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2 CHAPTER 1

1.1 Membranefiltration

In the field of separation processes, two groups can be distinguished, techniques to sep-
arate phases and techniques to separate components [1, 2]. Phase separation technigques
take advantage of differencesin particle size (sieving, filtration) or density (sedimentation,
centrifugation). Component separation techniques are based on differences in vapour
pressure (distillation, stripping), freezing point (crystallization), charge (ion exchange,
electrolysis), affinity (absorption, extraction), or chemical nature (leaching, complexa
tion).

Membrane filtration is a separation technigue in which the flow through a membrane
is used to separate different components from each other. In pressure-driven membrane
filtration processes, such as microfiltration, ultrafiltration, nanofiltration and reverse os-
mosis, these components are present in afluid and their separation is driven by a pressure
gradient over the membrane. These processes can be classified based on the separation
property of the process and on the membrane pore size (Table 1). Consequently, some
belong to the group of phase separation techniques and others to the group of component
separation techniques.

Table 1.1: Pressure-driven membrane filtration processes

Process Separation property  Membrane Operating
poresize pressure

Microfiltration size 0.05-5um < 3 bar

Ultrafiltration size 2nm-0.05um  1-10bar

Nanofiltration size and/or affinity 0.5-2nm 5 - 40 bar
and/or charge

Reverse osmosis  affinity and/or charge - * 10 - 100 bar
* subject of debate; often considered not to have pores

In general, advantageous aspects of pressure-driven membrane filtration processes are
their high selectivity and the possibilities for operation without a phase change. Further
they are operated at ambient temperatures, without the need for additives and with rel-
atively low energy consumption. Besides that, membrane filtration processes offer the
advantages of continuous and automatic operation, modular construction and simple in-
tegration in existing production processes, as well as relatively low capital and running
COsts.

1.2 Microfiltration

Microfiltration (MF) is one of the pressure-driven membrane filtration processes. As
stated in table 1.1, MF membranes are size-selective, have relatively large pores and are
operated at pressures below 3 bar. In general, the size of the particles that are retained
during MF ranges from 0.02 to 20 pm.

Some of the particles in the feed solution may be small compared to the membrane
pores and are consequently able to pass the membrane. In this case, not only a fluid-
particle but also a size-selective particle-particle separation may be accomplished (see
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Figure 1.1: Schematic representation of “dead-ended flow” (left) and “cross-flow” (right)
MF.

e.g. Chapter 6).

MF is one of the oldest membrane filtration processes. In 1929 the process was first
commercialised by Sartorius Werke GmbH in Gottingen, Germany as a bacteriol ogical
assay to rapidly determine the safety of drinking water. Application on anindustrial scale
started in the late sixties. An important factor for the industrial application was the devel-
opment of cross-flow membrane filtration systems. In such a system, the feed suspension
flow is directed parallel or tangential to the membrane with inlet and outlet ports (Figure
1.1). Compared to “dead-ended flow” or “impact flow” with a perpendicular direction of
the feed suspension flow to the membrane, a “cross-flow” flow pattern results in much
higher permeation fluxes. Thisis due to re-entrainment of polarised and deposited parti-
cles by wall shear stresses along the membrane. Control over this re-entrainment process
is of key importance for process operation as is discussed in Chapters 5-8 for the applica-
tions under study in thisthesis.

Nowadays MF has a broad application range in industries such as the biotechnol ogi-
cal, food, electronic and automobileindustry. The applications are diverse, but to mention
afew:

e biotechnological applications: bacterial, yeast and mammalian cell harvesting; clari-
fication of antibiotics and virus containing solutions; sterilisation of solutions containing
antibiotics, valuable biological molecules and DNA, and tissue culture medig;

o food applications: wine, juice and beer clarification, sterilisation, protein separation in
milk;

e medical applications: blood oxygenators, plasma separation from blood;

e Water treatment: production of ultrapure water, oil-water separations, wastewater treat-
ment.

Thisthesisistargeted at future membrane separation processes for dairy applications.
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Figure 1.2: Components in milk: size indication and membrane processes [3].
MF=microfiltration UF=ultrafiltration NF=nanofiltration RO=reverse oSmosis.

Milk consists of awide variety of constituentswith different functionalities. Thefunction-
ality of these constituents could be used more effectively if they were available separately.
Because these constituents often have different sizes (Figure 1.2), membrane separation
technology isin genera very suited to accomplish this separation. However, milk is also
avery complex feed for membrane separation, because of the broad particle size distribu-
tion (1 nm-20 um), high volume fractions of dispersed components (+ 15% in total) and
different properties of the feed constituents (deformability, charge, hydrophilicity, etc.).
Asaconsequence, current membrane processes for milk have either arather low capacity,
due to strong particle accumulation at the membrane surface, or are energy demanding,
because of the high cross-flow velocity that has to be applied to control particle accumu-
lation. Also the selectivity of the membrane separation processes is affected negatively
by the complexity of milk, an effect that is often related to particle accumulation. Prac-
tical application of many promising separation steps of milk, such as the separation and
fractionation of fat globules, the reduction of bacteria and spores, and the separation of
casein micelles and serum proteins, is currently limited because of the low capacity and
selectivity. The main issue that has to be resolved for membrane separation to be applied
on industrial scale milk separation is control of particle accumulation at the membrane.
In order to do so, more detailed information on particle behaviour is required. Thisthesis
studies various aspects of this particle behaviour, in order to obtain better understanding
of the phenomena playing arole during MF of milk.
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Figure 1.3: Example of a concentration polarisation layer formed during MF. The colors
indicate the concentration, ranging from 0-0.1 v/v (light grey) to 0.5-0.6 v/v (dark grey). The
arrows indicate the flow velocity. This figure shows a result of the suspension flow model,
which is described in detail in Chapter 8.

1.3 Masstransport

During MF, the rejected particles usually form a cake layer on the membrane surface. The
pressure-driven permeate flux through this cake layer and the membrane may be described
by Darcy’s law:

_1av Ap

=—— P 1.1

where J isthe permeate flux, V' isthe total volume of permeate, A isthe membrane area,
t isthefiltration time, Ap isthe pressure drop imposed across the cake and membrane, 7
isthe viscosity of the permesate, R, isthe membrane resistance (which can increase with
time due to membrane fouling and compaction), and R, isthe cake resistance (which can
increase with time due to cake buildup and compression).

Cross-flow MF results in a (partial) re-entrainment of particles from the layer near
the membrane to the bulk phase. As a consequence of this re-entrainment, the cake layer
grows and reduces the permeate flux until a steady state is reached. At steady state,
the convection of particles toward the cake layer by the permeate flow is balanced by
back-transport of the particles away from the cake layer by diffusion and inertial lift.
A concentration-polarisation boundary layer is positioned adjacent to the cake layer in
which there is arapid decrease in particle concentration from that at the edge of the cake
layer to that in the bulk suspension (Figure 1.3).

The flux during MF can be predicted by means of modelling of the particle accumu-
lation process including concentration polarisation. In models originally developed for
ultrafiltration, the re-entrainment or back-transport of particlesis assumed to be governed
by Brownian diffusion. The Brownian diffusivity D), of a particle of radius a is given by
the Stokes-Einstein relationship:

KT
~ 6mna

Dy, (1.2)
where k isthe Boltzmann constant and 7" the absol ute temperature.

These models predict the flux through a thin boundary layer where the mass transfer
coefficient is based on theoretical or empirical correlations developed for convective heat
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or mass transfer in tubes or channels having nonporous walls [4]. When this model is
however used for MF, the predicted fluxes are much lower than those observed in practice.
This discrepancy is often referred to as the “flux paradox for colloidal suspensions’ [5].
The explanation for this flux paradox has been found in other back-transport mechanisms
that supplement or even exceed the Brownian back-diffusion away from the membrane.

One of the other proposed back-transport mechanismsis inertial lift, which leads to
the so-called “tubular-pinch effect”. Inertial lift is experienced by an isolated, neutrally
buoyant particlein aduct under laminar flow conditionsas aresult of complex interactions
with the flow field and the duct walls. When the channel Reynolds number is much larger
than unity, the maximum lift velocity vy, o for a spherical particle near the wall of a two-
dimensional channel is[6]:

342
v = 0.577224 %0 (1.3)
’ 16770

where p, is the density of the suspending fluid and +, is the wall shear rate. With the
basic premise that particles are carried to the membrane walls only if the permeate flux
exceeds the maximum inertial lift velocity, the flux model can be (numerically) solved.
The numerical solutions showed that the inertial lift velocity is often much lower than the
permeation velocity in typical cross-flow MF systems, and therewith this mechanism is
clearly not the solution for the flux paradox.

An aternative back-transport mechanism is shear-induced diffusion, also called hy-
drodynamic diffusion. This diffusion is the result of particle displacements from the
streamlines in a shear flow as they interact with and tumble over other particles. The
shear-induced diffusivity is proportional to the square of the particle size multiplied by
the shear rate. Davis and Leighton [7] and Romero and Davis [8, 9] have developed an
integral MF theory, including both cake resistance and membrane resistance, that uses
concentration-dependent shear-induced diffusivities and shear viscosities appropriate for
particulate suspensions. The shear-induced diffusivity D* is given by:

D? (¢) = 0.33¢% (1 + 0.5¢>%) (1.4)

The diffusivity D* is a dimensionless parameter that is obtained by normalising for a2
(see aso Equation 1.6). Obviously, the volume fraction of particles ¢ is of influence on
Ds. The shear-induced diffusive behaviour of particulate suspensionsisevaluated in great
detail in Chapters 2-4.

In Figure 1.4, the three back-transport mechanisms (Brownian diffusion, inertial lift,
shear-induced diffusion) are compared by cal culation of the steady state flux asafunction
of the particle size. MF isnormally used for the separation of particlesin the size range
of 0.02 - 20 um. From Figure 1.4, it can be concluded that shear-induced diffusion is
the predominant back-transport mechanism for particles of this size. Therefore, our main
focus is on shear-induced diffusion in this thesis. The basics are explained in the next
section.

Other back-transport mechanisms that have been proposed for MF are for instance
scouring [11], turbulent burst [12] and friction forces [13]. Because these back-transport
mechanisms are more intuitive rather than theoretically founded, they are only mentioned
here but are not part of thisthesis.
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Figure 1.4: Permeate flux as a function of particle size as predicted by models based on
three different back-transport mechanisms: Brownian diffusion, inertial lift, shear-induced
diffusion (modified version of the figure published by Belfort and co-workers [10]). The
permeate flux is indicated for shear rates ranging between 1000 (lower grey line) and 10000
(upper black ling) s~*.

1.4 Shear-induced diffusion

Shear-induced diffusion is the result of particle displacements from the streamlinesin a
shear flow as these particles interact with and tumble over other particles (Figure 1.5). In
asuspension where the particles are homogeneously distributed, these displacementsgive
rise to a diffusive behaviour called shear-induced self-diffusion. The shear-induced self-
diffusion coefficient can be deduced from the individual particle displacementsfollowing:

D® = tllglo %% (x(t)x(t)) (1.5)
where dx(t) is the particle displacement vector, dt the time step and D*® the associated
diffusion tensor. A tensor is needed since the motion of particlesis anisotropic due to the
anisotropy of shear flow. The motion of anon-Brownian particleisin principle purely de-
terministic and the displacement of a given particle only depends on the external velocity
field and its interactions with all other particlesin the system. To obtain the random dis-
placements that are a characteristic of diffusive motion, the initial particle configuration
also needsto be changed. Asaconsequence, shear-induced diffusionisto be characterised
as along-time diffusion process.

The relevant time and length scales in the system are the shear rate 4 and the particle
radius a, respectively. Because D* has the dimension [length?/time], it scales as 4a? and
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adimensionless diffusivity D* can be defined:

A_DS

S

- (16)

ya
The dimensionless diffusivity still depends on dimensionless parameters like the particle
volume fraction ¢.

In 1977, Eckstein, Bailey and Shapiro [14] were the first authors that reported about
diffusive-like behaviour of particlesin shear flow. Since then, the phenomenon of shear-
induced diffusion has been studied experimentally [15-19], theoretically [20-24] and
computationally [25-27]. In generdl, it is technically complex to monitor individual par-
ticle displacements or other particle behaviour on a microscopic scale in an experimen-
tal set-up, therefore computer simulations play an important role in research on shear-
induced diffusion. In recent years, Acrivos and co-workers [25, 26] and Brady and co-
workers [27] have carried out extensive research on shear-induced self-diffusion, making
use of the Stokesian Dynamics computer simulation technique. Asaresult, shear-induced
self-diffusion in monodisperse suspensions and at Stokes flow conditions can be consid-
ered well-understood.

In MF systems, rather than shear-induced self-diffusion solely, the collective process
of gradient diffusion playsarole, leading to net migration of particles on the macroscopic
level. In one of their very recent papers, Brady and co-workers [28] present a technique
to determine migratory diffusion coefficients in homogeneous suspensions. The results
were in excellent agreement with available experimental results. It was postulated by the
authors that the gradient diffusivity DV may be approximated by:

DS
DV ~
Sea (0)

(1.7)
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where S¢ (0) isthe static structure factor corresponding to the hard-sphere suspension at
thermodynamic equilibrium.

1.5 Research aim and outline

In this thesis, factors affecting the efficiency of MF processes for milk separation are
studied on various levels of detail. The main focus is on concentration polarisation and
its effects, because this can be considered the key factor for the process efficiency.

For monodisperse suspensions of ideal hard spheres, concentration polarisation is a
relatively well-known process, but for suspensionswith a complex composition like milk,
concentration polarisation can be considered an unexplored area because the diffusive
behaviour of suspensionsis not yet sufficiently understood.

Itischosento start at the basic level of shear-induced self-diffusion, because thisdiffu-
sive behaviour can be considered the basisfor microfiltration (Figure 1.6: particle dynam-
ics). Up to now, computer simulations have been the most succesful research method for
shear-induced self-diffusion, sinceit is hard to experimentally monitor individua particle
trajectories in concentrated suspensionsin shear flow. Presently, these computer simula-
tion studies were exclusively carried out with the Stokesian dynamics technique, which
resulted in a good knowledge of shear-induced self-diffusion of monodisperse suspen-
sions at Stokes flow conditions. In this study, the Lattice Boltzmann (LB) method is used
to study shear-induced diffusion by computer smulation. The LB method for suspension
flow is a well-established technique, which was originally developed by Ladd [29, 30].
Compared to Stokesian dynamics, the LB method has the advantage that it is not lim-
ited to the Stokes flow regime, which for instance facilitates computations on suspension
flow at non-zero Reynolds numbers, in the vicinity of walls and with multi-sized parti-
cles. These are al conditions that are relevant to membrane separation systems. The LB
method was preferred because it is considered better suited for these complex conditions
than the Stokesian dynamics technique. Although the LB method is a well-established
technique for suspension flow, the application to shear-induced self-diffusion is new.

The LB computer simulation results are validated by means of experiments on micro-
filtration processes, where different aspects of suspension composition have been investi-
gated (Figure 1.6: particle accumulation and deposition, particle separation and fractiona-
tion). Part of the experimental research is carried out on so-called microsieve membranes
[31]. In comparison with conventional MF membranes, they have exemplary properties,
such as a smooth and flat surface, a narrow pore size distribution, and a membrane thick-
ness in the order of um, resulting in an extremely high permeability. Although these
membranes are not yet used for large-scale applications, they seem to be promising for
MF of complex suspensions. The success of these microsieves is however expected to
depend heavily on a proper control of concentration polarisation. This is an important
reason to take them into account in thisthesis.

Chapters 2, 3 and 4 of this thesis focus on shear-induced diffusion, which is the pre-
dominant transport mechanism for particles in the size range under study (0.02-20 pm).
This phenomenon is studied by means of computer simulations following the LB method
(Figure 1.6). First (Chapter 2), the flow behaviour of 2D and 3D suspensions in a Cou-
ette system is studied, which resulted in a modelling approach for computer simulation
of shear-induced self-diffusion. Following this modelling approach, shear-induced dif-
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fusion at non-Stokesian conditions has been studied in Chapter 3. In Chapter 4, a study
of the mutual influence of different-sized particles on their shear-induced diffusivity is
presented.

The research described in Chapter 2, 3 and 4 laysthe foundation for the research in the
next chapters, which focus on concentration polarisation in MF systems (Figure 1.6). In
Chapter 5, the effect of the presence of different-sized particlesin the feed suspension on
the steady-state flux isinvestigated. Chapter 6 focuses on different-sized particlesas well,
but here, the effect of these particles on the deposition of particles onto the membrane and
on the fractionation of particles is investigated. In Chapter 7, a step is made towards
actual milk ingredients. The properties of deposited casein micelles and fat globulesfrom
bovine milk are studied. Finally (Chapter 8), a computer ssmulation model is developed
for suspension flow in MF systems, which allows the complete solution of theflow field in
systems with complex geometries and for polydisperse suspensions (Figure 1.6: particle
separation and fractionation). The computer simulation model is meant as a design tool
for microfiltration membranes, systems and processses.



11

INTRODUCTION

SISY1 SIY] Ul RSP JO SPA3| SnoLeA 8y Bulreaipul ‘Bideyo Jad suipno 9'T 8nBiq

|

uoisodiios
uopsuadsns ubsap
E-ﬁau uawdol@asp japogy

i
H
¥,
B 5
s S |
bk = |
i b »
e el

suopuos ssaoosd

5 L) Jealys lessads|p-ouow
's1ake) uojysodap uofeIaNu) aapued Quelidogasep [EpoL
- FUPISURGENS SSICEIRE S | | oot vomepus w005 g
UoljEuOR el uopisodap pue
pue uopeledas appiped  uopeNWNa2E apoiHed sonueuip ajoped






L attice Boltzmann simulation of 2D
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In this study, the Lattice Boltzmann (LB) method is applied for computer simulation
of suspension flow in Couette systems. Typical aspects of Couette flow such as wall
effects and non-zero Reynol ds numbers can be studied well with the L B method because
of its time-dependent character. Couette flow of single, two and multi-particle systems
was studied, where two-dimensional (2D) systemswere compared with three-dimensional
(3D) systems.

Computations on multi-particle 3D suspensions, for instance to assess the viscosity
or shear-induced diffusivity, were found to be very intensive. This was only partly a
consequence of the 3D system size. The critical particle grid size, necessary for accurate
results, was found to be relatively large, increasing the system to impractical sizes.

It is however demonstrated that it is possible to carry out computer simulations on 2D
suspensions and use relatively simple, linear scaling relations to translate these results to
3D suspensions, inthisway avoiding intensive computations. By doing so, the L B method
is shown to be well-suited for study of suspension flow in Couette systems, particularly
for aspects as particle layering near solid walls, hydrodynamic particle interactions and
viscous stresses at non-zero Reynolds numbers, which cannot be easily solved with al-
ternative methods. It also opens the way to employ the LB method for other unexplored
aspects, such as particle polydispersity and high Reynolds number flow, with large rele-
vance to practical processing of suspensions.

2.1 Introduction

Since many manufacturing processes involve the transport of suspensionssuch asslurries,
colloids, polymers and ceramics, knowledge of the flow behaviour of suspensions is of
general interest. Not only the behaviour in shear flow but also in the presence of rigid
boundaries, such as a pipe wall, is important, because these rigid boundaries can induce
effects such as structuring, demixing and wall slip [32]. In experimental research aswell
astheoretical research, Couette flow is often used as a meansto investigate the suspension
flow behaviour in ssmple shear flow and in the presence of walls.

In the recent years, computer simulation models for colloidal suspension flow have
developed into powerful research tools [33]. These numerical models take explicit ac-
count of the hydrodynamic forces between the suspended particles, although the various
modelsdo thisin different ways. In Brownian and Stokesian dynamics, the hydrodynamic
interactions are assumed to be fully developed. This virtually means that the time scales
between the fluid dynamics and the motion of the solid particles are completely sepa-
rated. These methods are however not suited for suspensions bounded by walls, and are
therewith also not suited for Couette flow. Time-dependent models do not assume fully
devel oped hydrodynamic interactions, but take into account the development of hydrody-
namic interactionsin time and space from purely local stresses generated at the solid-fluid
surface. These models, including L attice Boltzmann (LB) and finite-element methods, as
well as particle-based schemes such as dissipative particle dynamics, are suited for de-
scribing Couette flow. In comparison to the LB method, finite-element methods require
much more computing power, while dissipative particle dynamics is less often used for
hydrodynamics. Therefore, the Lattice-Boltzmann method can be considered the best-
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developed of the time-dependent models for multi-particle suspensions.

In the time-dependent methods, the solid-fluid surface is explicitly present in the sys-
tem. This mostly means that the solid particles are represented on anumerical grid, which
introduces inaccuracy not only in the shape of the particle but also in the fluid flow around
the particle. The degree of inaccuracy isdependent on the particle grid size and thisbrings
up limitationsin the range of conditionswhere accurate results can be obtained. One obvi-
ous limitation is the volume fraction of particlesin the system. Dependent on the particle
size, therewill bealimiting volumefraction above which the accuracy will beinsufficient.

An advantage of computer modelling is that very detailed knowledge on the particle
dynamics and structure can be gained, such asthe translational and rotational vel ocities of
the individual particles in the suspension. In spite of the large progress in computational
power, these computer modelling techniques still require alarge computing effort, which
limits the system size in the computations. Thisis particularly the case when the particle
grid size needs to be relatively large in order to have sufficient accuracy. One way to
reduce the computing power can be to carry out simulations on two-dimensional (2D)
instead of three-dimensional (3D) suspensions. Adequate 2D-3D scaling relations are
then required to be able to translate the 2D results to predictions for 3D suspensions.

In this paper, we present a study on the use of the LB method for computer simulation
of 2D and 3D suspensions in Couette flow, with the aim to investigate whether computer
simulations on 2D suspensions can (partly) replace computer simulations on 3D suspen-
sions, especially when the latter are computationally intensive. Hereto, we compare dif-
ferent aspects of the flow behaviour of 2D and 3D suspensionsin Couette systemsin order
to find 2D-3D scaling relations. Furthermore we investigate the accuracy of the results
in relation to the particle size and the volume fraction, as related to the explicit presence
of the solid-fluid surface in the system. Therewith, this paper demonstrates the use and
the limitations of LB computations on 2D suspensionsin Couette flow as compared to 3D
real suspensions.

2.2 Computer smulation method

For general information about the LB method, werefer to literature (see e.g. [34]). Inthis
section, the emphasis is on the suspended particles, their incorporation in the fluid and
their interactions.

2.2.1 Simulation of the fluid

The LB method is based on the well-established connection between the dynamics of a
dilute gas and the Navier-Stokes equations [35]. In the LB method, the discretised Boltz-
mann equation is solved for fictitious fluid particles, that are constrained to move on a
lattice. The state of the fluid is characterised by the single-particle distribution function
fi(x,t), describing the average number of particles at a particular node of the lattice x,
at atime ¢, with the discrete velocity c;, which brings the fluid particles in one time step
to an adjacent lattice node. It is known that only a small set of discrete velocities is
necessary to simulate the Navier-Stokes equations [36]. In the simulations described in
this paper, the fluid dynamics were solved with a D2Q9 or a D3Q19 LB scheme, which
is respectively defined on a 2D square lattice with rest particles and 8 non-zero particle
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Figure2.1: Schematic representation of the 2D Couette system. The solid box lines represent
rigid walls and the dashed lines periodic boundaries. The 3D Couette system is similar, but
has an extradimension Z, which is bounded by periodic boundaries.

velocities or on a 3D square lattice with rest particles and 18 non-zero particle veloci-
ties. The velocity directions link lattice sites to its nearest and next-nearest neighbours.
The hydrodynamic field’s mass density p, momentum density j, and the momentum flux
density IT are moments of this velocity distribution:

p= Zfi, i= Zficia IT= Z ficic; (2.1)

The fictitious fluid particles and their interactions evolve by collisions and subsequent
propagation to neighbouring lattice sites. In a collision step, the distribution function is
relaxed towards the local equilibrium distribution according to:

fi (Xv t) - fieq(x> t)
T

The relaxation time 7 controls the rel axation of the viscous stressin the fluid and is linked

to the kinematic viscosity v via

v=c (T — %) At (2.3)

where the speed of sound c; is defined by ¢ = ¢?/3. In our simulations we applied
7 = 1.0 (in lattice units), which corresponds to a kinematic viscosity v of the fluid of 1/6
(in lattice units). The equilibrium distribution f?(x,¢) is chosen such that the Navier-
Stokes equations for aweakly compressible system are obtained [37].

The 2D Couette system consists of a rectangular box with a width X and a height
Y (Figure 2.1). Periodic boundaries were applied at the left and right side of the box,
while the upper and lower boundaries consist of arigid wall. The rigid walls move with
aconstant velocity v in a horizontal but opposite direction in order to create a shear flow.
The 3D Couette system is similar to the 2D system, but has an extradimension Z, which
is bounded by periodic boundaries.
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2.2.2 Fluid-particle interactions

Inthe LB scheme for particulate suspensions as devel oped by Ladd [29, 30], the solid par-
ticles are defined by a boundary surface, which can be of any size or shape. The spherical
(3D) or circular (2D) particles are projected on the lattice, where the boundary surface
cuts off some of the links between lattice nodes. Fluid particles moving aong the bound-
ary surface interact with the surface at boundary nodesthat are located at the | attice nodes
nearest to the boundary surface of the solid particles, following an alternative method to
Ladd's, that was developed by Behrend [38]. In this method, called relaxed bounce back
conditions at the nodes, the LB collisions are carried out at every node, including the
boundary nodes. The method of Behrend avoids some complications of Ladd’'s method,
where additional information isto be passed between lattice nodes because the boundary
nodes are placed in between instead of on lattice nodes. The resolution of the particles
on the grid is better for Ladd's method, although Behrend showed that the translational
friction of the particles agreed well with results of Ladd and with independent numerical
results. The rotational friction however, agreed less well, due to the worse resolution.
Comparable results were obtained for the hydrodynamic interactions between pairs of
spheres, where the parallel friction coefficients were in excellent agreement with indepen-
dent numerical solutions, whereas the agreement of the perpendicular friction coefficients
was less. Results for three different transport coefficients were all again very accurate. In
this study, we have chosen for Behrend's method because of its relative simplicity.

The collision rules at the boundary surface enforce a stick boundary condition on
the fluid, which means that the fluid velocity is matched to the local solid-body velocity
u,. Thislocal solid-body velocity u, (at position x;) is determined by the solid-particle
velocity U, itsangular velocity €2 and the position of its center of mass R.:

ub:U+Q><(xb—R) (24)

After the collision phase, the boundary nodes are updated in the following way:

2 .

filx+Axit+At) = fL(x,t)+ ﬁ;ﬂzub'cl- (2.5)
2 .

filx— Axi t+At) = flx,t) — ﬁ;ﬂzub'ci (2.6)

Here f/(x,t) is the post-colllisiona distribution function. For moving suspension par-
ticles, in this update, momentum is exchanged between the incoming particles from the
fluid and the solid side (the combined momentum of the fluid and the solid phase is how-
ever conserved). From thismomentum exchange the force and torque exerted on a suspen-
sion particle is calculated. Hereafter the kinematic properties of the suspension particles
themselves are updated with a simple Euler forward integration of Newton's second law.
The calculations on spherical (3D) and circular (2D) particles follow essentialy the
same method. Only the mass M and the moment of inertia I in Newton’s second law
differ. For 3D particles, they are given by:
4 3
M = psgﬂa (2.7)
I = 0.4Ma? (2.8)
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where p and p, are the density of the fluid and the solid particle respectively, and a isthe
particle radius. For 2D particles, M and I are given by:

M = pgma® (2.9)
I = 0.5Mad? (2.10)

Since a suspended particle is essentially simulated by the introduction of a boundary
surface, separating the interior of the particle from the exterior, the interior of the particle
also consists of fluid. The particles thus comprise a solid shell of given mass and inertia,
filled with fluid of the same mass density asthe bulk fluid. Ladd [30] examined the effects
of the interior fluid on the behaviour of the particle. Dynamically, the particle behaves as
if itsmassisthe sum of the shell massand the mass of theinterior fluid. With asufficiently
high effective mass of the shell, the contribution of the interior fluid to the inertial force
is negligibly small. Our computations were carried out in this regime, with an effective
mass p / p of 10. Since our computationsare carried out in the Stokesflow regime, inertial
effects do not play arole (see a'so Kromkamp and others[39]).

2.2.3 Accuracy of particlerepresentation and particle-particleinter-
actions

By the projection of the suspended particles on the | attice, a discrete representation of the
surface is obtained, which becomes more and more precise as the surface curvature gets
smaller and which is exact for surfaces parallel to lattice planes. Together with the choice
of the location of the boundary nodes and the boundary update rules, the discretisation
of the particle surface onto the lattice induces a hydrodynamic particle diameter that is
dlightly larger than the diameter based on the number of occupied lattice nodes[30]. Itis
therefore often proposed that the particle diameter should be corrected for this hydrody-
namic effect. The magnitude of the correction ismostly based on the particle behaviour in
the Stokes flow regime and at low particle concentrations. As also presented in an earlier
paper [39], we have seen that in suspensions in shear flow, particles can approach each
other very closely, such that particles would largely overlap when the hydrodynamic par-
ticle size would be taken into account. The closest approach distance is moreover found
to be dependent on conditions such as the particle concentration and the shear rate. Since
assessment of the hydrodynamic particle diameter in these systems is virtually impossi-
ble, while the corrections would probably be very small, we did not apply this correction
but used the input particle diameter in our calculations.

Since the suspension flow behaviour in Couette systems is mainly governed by hy-
drodynamic particle-particle or particle-wall interactions, these interactions need to be
accurately resolved in the computations. When two suspension particles come into close
contact with each other, the lubrication force becomes important. Thisforce is caused by
the attenuation of the fluid film in the gap between the two particles and is repulsive upon
approach and attractive upon separation of the particles. When the gap width between two
particlesisin the order of one lattice spacing, the lubrication force is however not exactly
resolved with the LB method. Thisis due to the discretisation of the particles and fluid
on agrid and is a problem that is encountered by all numerical methods. This lubrication
breakdown leads to a so-called “ depletion force” that pushes particles into each other. To
overcome this problem we applied a lubrication correction method based on an explicit
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calculation of the lubrication force F' [40]. For a3D system F' isgiven by [40]:

~ a1a9 1 1
= —6mUpRia——2— (== =) ,h < he 211
nU12 12((11 +a2)2 <h hc) ( )

= 0, h> he

where  isthe viscosity, Uy, = U; — Uy and h = |IR12| — (a1 + az) isthe gap (distance
between the particle surfaces). The unit vector R;; = Rj2/ |R12|. For a2D system the
lubrication force per unit cylinder length F' is given by (see appendix 2.6):

3 3
1 ~ ay + as 2 h ap + as 2
F=—-——U;.R F ) —
2" ”(( h )<0+a1+a2 ! ( he )

he

CL1—|—(12

F), h < he
(2.12)
F=0,h>h

where Fj isthe numerical constant % 7 /2 = 3.3322 and F; isthefirst order correction
for the lubrication limit 4 /2a << 1 with avalue of % .- v/2 = 12.829. |In accordance
with Ladd and Verberg [33], we applied a correction on the lubrication force to account
for the lubrication force that is already resolved in the computations of the fluid dynamics.
This was done by subtracting the lubrication force at a cut-off distance & from the total
lubrication force, as indicated in Equations 2.11 and 2.12. The cut-off distance h. rep-
resents the cut-off distance between the particle surfaces for the added lubrication force
and was chosen equal to 1.1 lattice units for a 3D system and to 2.0 lattice units for a
2D system (as was found optimal in our simulations). For 3D systems, Nguyen and Ladd
[40] showed that this correction leads to more accurate results for particle interactions
at short interparticle distances, even with neutrally buoyant particles very near to contact
and without causing instabilitiesin the particle dynamics.

Since tangential lubrication has a weaker logarithmic divergence and its breakdown
does not lead to serious problems, we have not included this correction in our simulations.

We have noticed before, that in suspensions with relatively high particle fractions or
at high particle Reynolds number, particle clustering and overlap can occur, which greatly
affectsthe diffusive behaviour of the particles[39]. Thisbehaviour seemsto be correlated
with the lubrication breakdown of concentrated colloids, that was reported by Ball and
Melrose [41]. Assuggested by these authors, we applied a Hookean spring force between
the particles to avoid this clustering and overlap. This Hookean spring force was applied
for gaps h smaller than athickness § and was applied in the direction of the line of particle
centres, according to:

F,=Fy— (%) h (2.13)

with a maximal Hookean spring force Fy, of 2.5%10-% (in lattice units) for a 3D system
and 10.0 (in lattice units) for a 2D system. The Hookean spring force is active in alayer
around the particle with a thickness § /2 of 0.025 lattice units for a 3D system and 0.05
lattice unitsfor a 2D system.
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Figure 2.2: The angular velocity w as a function of the relative channel height Y/a for a
single cylinder with radius a in shear flow (Reshear , = 0.058, a=8 lattice units). The distance
between the solid walls of the Couette system was varied between 2.5a and 40a. The results
are compared to results of Nirschl and co-workers [42] for a 3D system. The line represents
Taylor’s solution for Y /a = oo [43] and the inset shows a scheme of the simulated situation.

2.3 Singleand pair particlesin Couette flow

2.3.1 Wall effectson a single particle

In order to compare wall effects between a single suspended 2D particle and a 3D particle
in shear flow, the rotation was studied in Couette systems with varying ratio of channel
height to particle radius Y/a. For 3D particles, we take the data from Nirschl and others
[42], who used afinite volume numerical scheme. We studied the rotation of 2D particles
with our LB mode!.

The LB calculations were carried out for a 2D particle with a radius a of 8 lattice
units. The distance X/a between the periodic boundaries was 80, which was verified to
give results corresponding to a system with an infinitely large distance X'/a. The channel
height Y/a varied between 2.5 and 40. The shear rate i was 3.75 * 10~ per time step,
which was verified to give results corresponding to Stokes flow. The shear-based particle
Reynolds number Regear, = 47a*/v, where v is the kinematic viscosity, was equal to
0.058. The 2D particle was placed at the horizontal centerline of the Couette system. We
assessed the equilibrium angular velocity w of the 2D particle, which is normalised for
the shear rate.

For a channel height Y/a larger than 10, the angular velocity w was close to the
analytical solution of Taylor [43] for arotating particle in simple shear (Figure 2.2). For
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smaller channel heights, the angular velocity w starts to decrease due to interaction with
the walls. The decrease starts earlier and is most pronounced for the 2D particle, where
the angular velocity w decreased from the maximum value of 0.50 to a value of 0.33
at a channel height Y/a of 2.5. This effect can be understood because the intensity of
the flow field around a 2D particle is larger than around a 3D particle. As aresult, for
2D particles, wall effects start at a channel height Y/a, which is about 3 units higher
than for 3D particles, while the wall effects for 2D particles are more intense as well.
The results suggest that a scaling relation can be obtained between 2D and 3D results
by normalisation of the channel height. For the 2D results, the channel height should be
multiplied with a factor of about 0.33.

2.3.2 Two colliding particlesin shear flow

The hydrodynamic interactions between particles in a 2D and a 3D system can be com-
pared from the flow trgjectory of two interacting particles. Batchelor and Green [44] have
derived an analytical solution for 3D particles, but a solution for 2D particles is not yet
available. Therefore, we calculated the flow trajectories with the LB model for 2D aswell
as 3D particles, at equivalent conditions.

For 2D particles, two equal-sized particles (a=8 lattice units) were placed at equidis-
tant heights above and under the horizontal centerline. The initial horizontal distance
( — Tmidpoint) /@ from the midpoint between the particles was 5, while the initial ver-
tical distance was varied. Both the channel height (Y/a=40) and the distance between
the periodic boundaries (X /a=80) were chosen such that they did not affect the particle
trajectories. Regpear,, Was equal to 0.058, which was verified to give results in accordance
with Stokes flow. For 3D particles, virtually the same conditions are applied, except for
the particle radius, which was chosen as 11 lattice units.

The resulting flow trajectories are presented in figure 2.3. When the two particles
pass each other, they move away from the horizontal centerline upon approach and move
back to their original height upon separation, as is described by Batchelor and Green
[44]. When comparing 2D and 3D particles, it is clear that the 3D particles move closer
around each other: the minimal gap between the 2D particlesis equal to 0.27a and 0.11a
for initial vertical distances from the midpoint of respectively 0.44a and 0.25a, while the
minimal gap between 3D particlesis respectively 0.01a and 0.00a.

These differences between the inter-particle distances are caused by differences be-
tween theratio of drag to lubrication force for 2D and 3D particles, which causesthe fluid
to move less easily out of or into the gap for 2D particles. A consegquence of the observed
behaviour is that the range of hydrodynamic interactions is longer for 2D particles. In
2D multi-particle systems, this may lead to more intense hydrodynamic interactions at a
similar particle fraction.

A full scaling of the particle trajectories would at |east require anumerical solution of
the lubrication force, but here we apply an analytical scaling by simply rescaling of the
X-axisand Y-axisin figure 2.3. The X-axisisrescaed by normalising X for Xx, the
X -value where the particle has reached a distance Y = 0.5(Yinax — Yinitia1)- The Y-axis
isrescaled by normalising Y for the factor ¥,a (Y — Yinitial)/ (Yinax — Yinitial) +1.0(Vinax —
YY)/ (Yimax — Yinitia1). ObViously, thisrescaling can only be applied when X x and Y}, are
already known. Theresult is presented in figure 2.4.

The rescaling lead to 2D and 3D trgjectories with a good resemblance. Thisindicates
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Figure 2.3: Cylinder or sphere trgjectory during interaction of two cylinders (a=8.0 lattice
units (2D)) or two spheres (a=11.0 lattice units (3D)) in a linear shear field (Respearp =
0.058) between two walls, for varying initial positions of the cylinders and spheres.
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Figure 2.4: Cylinder or sphere trgjectory during interaction of two cylinders (a=8.0 lattice
units (2D)) or two spheres (a=11.0 lattice units (3D)) in a linear shear field (Renearpy =
0.058) between two walls, for varying initial positions of the cylinders and spheres. The
values for X and Y are scaled as explained in the text (section 2.3.2).

that thetrajectories of 2D and 3D systems can be scaled with the parameters X x and Y.y,
which can thus be considered characteristic for this system. Only when the particles are

relatively far apart discrepancies occur but these long-range effects are often less relevant
in concentrated suspensions.

2.4 2D and 3D multiparticle suspensionsin Couette flow

24.1 Wall effects

The 2D multiparticle system consists of a rectangular box with X : Y = 1 : 2. The total
number of particles (particle radius 8 lattice units) was equal to 200. Regpear , WaS equal
to 0.023. In the 3D multiparticle system, the particle radius and Regyear, Were similar to
the 2D system. Thebox sizewas X : Y : Z = 1: 1.5 : 1 and thetotal number of particles
400.

Walls can induce effects as particle structuring, demixing and wall slip. In order to
analyse these effects, we compare the time-averaged concentration distribution and the
particle velocity profile as a function of the distance to the wall for 2D and 3D systems
(Figure 2.5). Inthe 2D system, alayer near the wallswith a height close to a was depleted
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Figure2.5: Thetime-averaged area (2D, cylinders) or volume (3D, spheres) fraction ¢ across
the channel width'Y for a 2D suspension (top) with mean area fractions < ¢ > of 0.10 (a),
0.30 (b) and 0.45 (c) and a 3D suspension (bottom) with mean volume fractions < ¢ > of
0.10 (a), 0.30 (b) and 0.36 (c).

of particles, as can be expected based on the particle size. No additional wall depletion
was however found. For ¢ > 0.10, strong structuring effects are found near the walls,
which is clear from the concentration fluctuations. For ¢ = 0.3, the first concentration
peak appears at a distance from the wall between 0 and 1.3a and between 1.1¢ and 2.1a
for ¢ = 0.45. For ¢ = 0.45 at least two distinct particle layers are visible, at a distance
between 1.1a and 2.1a and between 3.2a and 4.2a from the wall respectively. From the
particle velocity profile in the 2D system, it is clear that the shear profile deviates dightly
from perfectly linear, but that, even for ¢ = 0.45 where the particle velocity near thewalls
was up to 5% smaller than expected, this effect of wall dip is of minor importance.
Ina3D system, the situation was slightly different (figure 2.5). The height of the layer
near the wallsthat was depleted of particles, was again closeto a. Structuring effectswere
found to differ from 2D systems. In 3D systems, for volume fractions higher than 0.10,
only one concentration peak was visible, which was more pronounced than in 2D systems.
For ¢ = 0.3, and 0.36 this concentration peak appears at a distance from the wall between
0.93a and 1.40a and between 0.88a and 1.09a respectively. Asin accordance with wall
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effects in a 2D and 3D single particle system, where these effects were only evident at
small channel heights for 3D spheres, the concentration peak was closer to the wall in
a 3D system (at the highest concentration). As a consequence of this more pronounced
structuring in 3D systems, the particle velocity profile was also found to deviate more
from perfectly linear. The profile exhibited a tendency towards a sigmoid shape. The
velocity of particles near the walls deviated around 10% from the velocity expected for a
linear velocity profile.

2.4.2 Viscosity

The viscosity of a concentrated suspension is a characteristic that strongly depends on
hydrodynamic interactions. By calculation of the squeezing flow contribution, the viscos-
ity can be calculated as a function of the particle fraction, asis done for 3D particles by
Frankel and Acrivos [45]. The result is practically identical to the semi-empirical model
of Krieger and Dougherty [46], whichisvalid for both 2D and 3D suspensions:

B - () )[n]¢max )14
= (1 - (214

where 7, is the relative viscosity, (¢s) is the averaged particle fraction and ¢,,,.x, the
maximum packing fraction. The dimensionlessfactor [n] isthe intrinsic relative viscosity
of the suspension. It is often suggested that the factor [1] ¢ .y iS Similar for 2D and 3D
suspensions [47]. Here we will use [1] ¢1.x=1.82, as derived from the values for ¢,,.x
and [n] of 0.68 and 2.68 respectively, that are reported by Phillips and co-workers[16] for
3D suspensions. The value for ¢,,., in the denominator of Equation 2.14 followed from
a subsequent fit of the ssmulation results.

Because the viscosity ssimply evolves from the lubrication force as a function of the
mean distance between the particles, the scaling relation between 2D and 3D systems
directly follows from this derivation. Therefore, we only determined the viscosity as a
function of the particle fraction to compare the accuracy between 2D and 3D systems. In
our ssimulations, the viscosity is determined from the stress at the wallsin a multiparticle
Couette system. For a 2D system, the height Y/a and width X /a of the Couette system
are equal to respectively 64.75 and 32.38. The particle fraction was varied by varying
the number of particles up to a maximum of 365. Regpear,, Was equal to 0.012, which
was verified to give results in accordance with Stokes flow. For a 3D system, the system
properties were as described in section 2.4.1.

Figure 2.6 presents the results. There is a good agreement between the 2D computer
simulation results and the Krieger-Dougherty model for ¢,,.,=0.88. At a particle fraction
¢ exceeding 0.49 however, the viscosity is dlightly lower than according to the Krieger-
Dougherty model. Also the 3D computer simulation results show a good agreement with
the Krieger-Dougherty model (¢,,.,=0.69). Similar to the 2D system, at higher concen-
trations, the viscosity starts to get lower than the Krieger-Dougherty model. This occurs
however at a particle fraction ¢ exceeding 0.3 instead of 0.49 for a 2D system. More-
over, from Figure 2.6, it is clear that an appropriate scaling is obtained when the particle
fractions of both 2D and 3D suspensions are related to ¢ ..

From comparison of our 2D viscosity data with LB results from literature (see e.g.
[47] for an overview), it is clear that our data do not significantly differ from these data.
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Figure 2.6: Effective viscosity of a2D and a 3D suspension as a function of the area (cylin-
ders) or volume (spheres) fraction. The lines represent fits of the results to the Krieger-
Dougherty model with a value of 1.82 for [n] ¢wax, both for 2D and for 3D suspensions (the
fit result for ¢max Was 0.88 for 2D and 0.69 for 3D). The inset shows the viscosity as a
function of ¢/ pmax-

3D viscosity data are amongst others given by Heemels and others [48]. These authors
could accurately describe the viscosity up to avolumefraction of at least 0.45, making use
of the similar LB method as Ladd, but adapted in order to ssimulate truly solid particles.
They also showed that when the original LB method of Ladd isused [29, 30], the internal
fluid in the particles contributes to the effective density, which leads to an underestimation
of the viscosity over the total volume fraction regime. A leveling off at higher volume
fractions, as occursin our simulations, is however not observed. Because thisbehaviour is
found at lower volume fractions in 3D suspensions, where the particles come into closer
contact, we hypothesize that the inaccuracy in the viscosity has to do with this close
contact. It may therefore be that the less accurate particle representation, that is associated
with Behrend's boundary rules as used in this study, is the main reason for the inaccuracy
at higher particlefractions. Theviscosity resultsindicate that particleradii in concentrated
3D suspensions should be relatively large in order to obtain sufficient accuracy. Since 3D
suspensions require much computing power, thisis a clear disadvantage of the method
followed.
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2.4.3 Shear-induced diffusion
Computer ssimulation

Another interesting phenomenon in multiparticle suspensionsin shear flow is shear-induced
diffusion, a phenomenon that arises from the hydrodynamic interactions between the par-
ticles. Ascan be seenin Figure 2.3, apart from the displacement caused by the affine flow,
two-particle interactions do not lead to permanent displacements of these particles. In a
concentrated multi-particle suspension however, simultaneous interactions between more
than two particles can lead to permanent displacements, which can have a diffusive char-
acter on a sufficiently large timescale. The shear-induced self-diffusivity is thus defined
as the time rate of change of one half times the mean-square displacement:

Dy = lim —— (z(t)x(t)) (2.15)

Sierou and Brady [27] have done extensive computer simulation work on shear-induced
self-diffusion, using the Stokesian dynamics technique. As far as we know, they have not
published any results from 2D simulations. In contrast to Stokesian dynamics, our LB
method enabl es research on shear-induced diffusion at non-Stokesian conditions, such as
in the presence of walls and at non-zero Reynolds number. Here, we investigate 2D-3D
scaling relations for shear-induced diffusion because this knowledge may enable the use
of computationally lessintensive 2D simulations.

The 2D and 3D systems were as described in section 2.4.1. For a 2D system, the
shear-induced diffusivity is determined over a strain range between 18 and 60. In order
to evaluate the effect of the initial particle configuration on the diffusion coefficient, we
splitted the displacement curve of one simulation run into several curveswhich start at dif-
ferent times of the ssmulation run (and consequently at different particle configurations).
In each separate curve, the mean sgquare displacement was monitored over a strain of 30.
Thefinal diffusion coefficient is the mean value of the diffusion coefficients that were de-
termined from the individual mean square displacement curves. Dependent on the particle
volume fraction, the 2D calculations required between 70 and 650 h CPU time. With a
similar particle radius, the 3D system requires much more computational power per sim-
ulated particle than a 2D system. For 3D systems, a particle number of 400 is found to
be sufficiently high to obtain results that are representative for an infinitely large system.
This particle number was twice as high asin a 2D system, which results in an improved
statistical reliability of the 3D simulations. In order to limit the computational effort, the
shear-induced diffusivity is determined over astrain range between 4.5 and 15, which was
verified to give results representative for the long-range diffusive regime. In thisway, the
3D simulations required about 40 times more CPU time than the 2D simulations (with
equal particle radius).

For a3D system and ¢ > 0.20, our simulations generated shear-induced diffusivities
that are smaller than the resultsfound by Sierou and Brady [27]. In order to try to elucidate
these differences, we assessed the influence of the particle radius on the shear-induced
diffusivity at ¢ =0.10, 0.20 and 0.30 (figure 2.7). The shear-induced diffusivity increased
with the particle radius, but seems to have reached a plateau value for ¢ = 0.10 at a
particle radius of 8 lattice units. For ¢ =0.20 and 0.30, even at a particle radius of 10
lattice units, a plateau value was not reached. The valuesfor ¢ =0.30 were furthest away
from the values presented by Sierou and Brady [27].
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Figure 2.7. Component D,,, of the shear-induced self-diffusion coefficient, as related to the
values found with Stokesian dynamics by Sierou and Brady [27], in a 3D suspension as a
function of the particle radius for ¢ =0.10, 0.20 and 0.30 (N = 400, Respeqrp = 0.023).
The lines are drawn as a guide to the eye.

One hypothesis for the cause of the differences could be that a jammed state of hy-
drodynamic clusters is formed, as for instance put forward by Farr and co-workers [49].
Because the particles have more or less fixed positions in such system-spanning clusters,
the particle displacements may be smaller than in an unjammed state. It can be expected
that system size will be of large influence on the jamming transition. We did however not
find these effects when varying the distance between the two moving walls. Therewith,
thishypothesisislesslikely to be the cause for the differencesin shear-induced diffusivity.

Another reason might be in the occurrence of short-range multi-particle interactions.
In our code, multi-particle interactions are solved by pair-wise calculation of the inter-
action effects, which are successively calculated for all particle pairs. The problem does
not seem to be in the pair-wise calculation itself, because this would not lead to an effect
of the particle radius as shown in Figure 2.7. It may however be that the solution of the
short-range multi-particle interactions in our code is too inaccurate because of the ragged
particle surface. This explanation isin line with the observed effect of the particle radius
and our hypothesis based on the viscosity results. Because of the relative close approach
of particles in 3D systems, this problem might be more pronounced in 3D than in 2D
systems.

Since the inaccuracy is found to increase with ¢, it can be expected that for volume
fractions higher than 0.20, even larger particles are required. However, a particle radius
of 14 would already require about 2000 times more CPU time than 2D simulations, while
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Figure 2.8: Component D,, of the shear-induced self-diffusion coefficient as a function of
the cylinder area fraction for a 2D suspension (N = 200) in shear flow at Regpeqr, = 0.023.
The open symbols represent the relation found by Sierou and Brady [27] for a 3D system
with spheres instead of cylinders.

the CPU time would increase with afactor of about 25000 for aparticleradius of 20. Even
on advanced supercomputers, one would run into problems with these requirements.

The 2D results on shear-induced diffusivity are presented in figure 2.8. These results
were not found to be dependent on the particle size within a range of plus or minus
25%. We can thus conclude that, similar to the viscosity results, the 2D results for shear-
induced diffusion are less sensitive to inaccuracy in the particle representation on the
grid. At area fractions higher than 0.45 however, very large standard deviations were
found, which may be caused by comparable reasons as mentioned above for 3D systems,
namely formation of a jammed state or inaccuracies in the calculation of the short-range
multi-particleinteractions. Therefore, we limited the results up to an areafraction of 0.45.

The relation between shear-induced diffusivity and ¢ is clearly different from the 3D
relation. For volume fractions lower than 0.25, the 2D shear-induced diffusivity was
around three times higher, and at higher fractions around two times. In order to better
understand these differences and to be able to tranglate 2D resultsinto 3D results, we have
developed an analytical model for shear-induced diffusivity. This model is discussed in
the next section.
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Analytical model for 2D-3D scaling

We used an analytical model for shear-induced diffusion (an adapted version of the model
that was originally published by Breedveld [50]), which is based on a simple collision
mechanism.

Our simple collision model, described in appendix 2.7, approaches self-diffusion in
asimilar way as Leighton and Acrivos [15] did. It describes the movement of individ-
ual particles in a homogeneous suspension and shear field under the action of excluded
volume effects that are caused by interactions with neighbouring particles on different
streamlinesin the shear flow. The particle motion during each encounter is described as a
deterministic process, but it isassumed that this can |ead to diffusive behaviour in systems
with many particles and random initial positions. An encounter of particles is modelled
as an effective two-particle collision process, which proceeds unhindered until it is ter-
minated by the presence of athird neighbouring particle. Without the presence of a third
neighbouring particle, the collision is ended when the angle § = 7 isreached (see figure
in appendix 2.7), which does not result in a net displacement of the colliding particle.
Thisis consistent with the shear flow tragjectories that are obtained in the symmetric prob-
lem of two colliding ideal hard spheres[21]. When particle concentrations are high, the
average time between subsequent collisions is shorter than the time needed to complete
the interaction and then the collisions end when interaction with athird incoming particle
occurs. Under these model assumptions, in a following step, particle trgjectories are cal-
culated as a function of initial particle positions and finally, averaging the displacements
over all configurations provides a measure for shear-induced self-diffusion. It isclear that
the model will be valid for a restricted range of particle fractions. This range is deter-
mined by factors such as the presence of two-particle interactions and the homogeneity of
the suspension. In previous work [39], we have seen that particles in an inhomogeneous
suspension can have an increased shear-induced diffusivity. But, although the model is
simplistic in that it does not at all consider complex hydrodynamics, it provides inter-
esting insights into the nature of the microscopic processes that could be responsible for
shear-induced self-diffusion, even more because the model does not contain adjustable
parameters.

With our collision model, the components D, D,,, D.. and D,, of the diffusion
tensor have been calculated for a 3D system (figure 2.9). The calculated values for the
components D,,, and D, are aimost a factor 4 lower than most experimental data (see
e.g. [17, 18]). The latest numerical results, calculated with ASD, are however afactor 2
lower than experimental data; it was postulated by the authors that discrepancies are due
to analysing over too short strains in the experiments [27].

A feature that seemsto be captured well by the collision model isthe volume fraction
dependence. D, and D.. level off for volume fractions above 25%. In the model, thisis
due to the fact that above this critical concentration, the average duration of an interaction
is shorter than needed for the completion of the trgectory to # = =. The diffusion com-
ponents D,,, and D, reach a plateau value at a volume fraction of 25%. Thisis due to
the fact that the decrease in displacement at a higher volume fraction is exactly balanced
by the increase in collision frequency, resulting in constant diffusion coefficients. Such
a plateau value for D,,, and D.. is aso found in experiments, although at a somewhat
higher volume fraction of around ¢ = 0.35. Only Sierou and Brady [27] found a plateau
value for D,,, aswell as D, in their latest model calculations with the ASD technique.
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Most model predictions however do not show a plateau value at all.

The anisotropy D,,,/ D, between the velocity gradient and vorticity direction is equal
to 2 in our model. The value of 2 agrees well with experimentally observed values for
the anisotropy D,,,/D... Although only a limited number of results on D,, and D,,
is available in literature, the results of our collision model exhibit large differences with
theseresults. Particularly the volumefraction dependenceisdifferent in our model results.
The negative sign of D, is however correctly predicted. Since considerable debate still
exists on the magnitudes of D, and D,,, it is hard to assess the accuracy of the model
predictions, more elucidation is needed.

For a 2D system, the collision model predicts a different volume fraction dependence
of D,, thanfor a3D system (figure 2.9b). For 2D, D, startstoincrease at an areafraction
between 0.2 and 0.3. After it has started increasing however, the diffusion component D,
not only increases faster with the area/volume fraction, but it also reachesits plateau value
at acritical area fraction, which is two times higher than for a 3D system. Moreover, at
area fractions above the critical value, the diffusion component shows a decrease instead
of staying at a constant level. A relevant factor for these differences is the collision rate
per particle. In a 2D system, the collision rate per particle at a certain fraction is two
times smaller than in a 3D system. On the other hand, the average displacement during a
collisionislarger because the angle ¢ isequal to 0in 2D systems, resulting in the maximal
value of 1 for cos(y). The combination of these two effects leads to a somewhat steeper
increase of D,,, with the area/volume fraction than in 3D systems, although the difference
is not large. The lower collision rate per particle in 2D systems is aso relevant for the
onset concentration of D,,, and the critical concentration where levelling off occurs. The
onset concentration is directly related to the collision rate, because it is determined by
the point where a two particle collision starts to be disturbed by a third particle. For
the critical concentration, the average collision timeis also important. Since the average
time needed for a collision does not differ much between 2D and 3D systems, the smaller
collision rate causes a shift of the critical concentration from 0.25 to about 0.50 in 2D
systems. At higher concentrations in 2D systems, the effect of decreasing displacement
is larger than the effect of increasing collision rate, leading to anet decrease of D, .

Based on thisunderstanding, our expectationsfor 2D systemsare that at relatively low
areafractions, the shear-induced diffusion component D, issmaller than for 3D systems.
At area fractions above 0.25, the 2D diffusion component can become up to a factor 3.5
higher, due to the difference in area/volume fraction dependence. A normalisation was
carried out by dividing the areaor volumefraction by ¢*, thefraction where the diffusivity
has reached half of the maximal value (0.5D,,.x), and by dividing the diffusivity by its
maximal value (D.,.,) (Figure 2.10). As aresult, the normalised 2D and 3D values of
the collision model nicely coincide with each other. The same procedure has been carried
out on the 2D and 3D simulation results, but here, because the collision model did not
capture the D,,, — ¢ relation well, the normalisation parameters were derived from the
simulation results itself. In this way, a good agreement is found between the normalised
data of our 2D LB simulations and the 3D Stokesian dynamics simulations of Sierou
and Brady [27]. This indicates that the 2D-3D scaling relation as determined from the
collision model, is suited for the trandation of (future) 2D simulation results to 3D. In
this way, computationally intensive 3D simulations can be avoided.
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Figure 2.10: Comparison of the shear-induced diffusivity as predicted by the collision model
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sented in Figure 2.7 and 2.9. For the 2D results of the present study, the value for D,y is

derived from Dy, at ¢*.

2.5 Conclusions

In this study, we have analysed the flow behaviour of suspensions subjected to Couette
flow, making use of the LB method. The focus was on acomparison of the flow behaviour
of 2D and 3D suspensions. Since computations on 3D suspensions can computationally
be very intensive, it is investigated whether and when it is advantageous to carry out
computations on 2D suspensions and tranglate these results to 3D suspensions with the
help of scaling relations.

We have found particle structuring near the wallsin both 2D and 3D suspensions. The
thickness of the structuring layer was thinner for 3D suspensions, which is in accordance
with wall effects in 2D and 3D single particle systems. Wall slip was found in both
systems as well, and was more intensive in 3D systems and at higher concentrations.
An important consequence of the differences between 2D and 3D is that when one is
interested in the bulk particle behaviour, in the 2D system, alarger system size should be
chosen than in a 3D system.

For computation of the viscosity and shear-induced diffusion, limitationsare found in
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the maximum volume fraction of particlesthat gives accurate results; these limitationsare
found to be related to the grid size of the suspended particles. In 3D systems, for aparticle
radius of 8 lattice units, the inaccuracy became evident at ¢ larger than 0.30 (viscosity)
or larger than 0.15 (shear-induced diffusion), which is at much lower concentrations than
in 2D systems. This sengitivity of 3D systems to inaccuracy is probably related to the
closer approach distance of two interacting particles in shear flow and may be caused by
inaccuracy, introduced by the particle discretisation on the grid.

Because of the very large particle grid sizes, necessary to obtain accurate results for
3D systems, only advanced supercomputers are currently suited for LB computations on
3D systems, while the computations on 2D systems can be carried out well on a single
processor or on small computer clusters. Therefore, adequate scaling relations would be
helpful to tranglate 2D simulation results to 3D systems. For the viscosity, such scaling
relations are already known, and we were able to reproduce those in our LB simulations.
For shear-induced diffusion, we have developed an analytical collision model, which is
able to predict qualitatively correct shear-induced diffusivities, and which captures the
scaling between 2D and 3D well.

This study shows that the feasibility of 3D LB simulations is restricted to smaller
parameter domains than 2D simulations. With the use of relatively simple, linear scaling
rules, it proved possible to trandate 2D simulation results to 3D rea systems, which
opens the way to employ the LB method for unexplored aspects of suspension flow in
Couette systems, such as particle polydispersity and high Reynolds number flow, with
large relevance to practical processing of suspensions.
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2.6 Lubrication forcein a 2D suspension

We apply lubrication theory to calculate the hydrodynamic force between two cylinders
in a 2D suspension. For small gaps (i.e. rim to rim distances) 2h the force between two
adjacent cylinders can be calculated, solving the flow field in the gap upto first order in
¢ = h/a. Inthe calculation two cylinders are considered, approaching each other with
avelocity 2U. A Carthesian coordinate system (ey, e,) was used with the origin at the
center of the gap. The z-coordinate, taken along the line of centers, was scaled on ~ and
the x-coordinate was scaled on v/ah; the z-component of the velocity was scaled on U, the
X-component on +/a/h U. The pressure was scaled on anU/h?. Under these conditions
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the differential equation for the dimensionless stream function ) becomes:

ol ol 20"
2 = 2.6.1
51 + 68x2822+€ 9 0 (2.6.1)

The rim of both disksis described by = = +b(z) with

b(z) =1+ 2% + eza + €Lt + . (26.2
and the boundary conditions on these rims read:

O

Vy = — — = F1, (2.6.3)
ox

Uy = 3_¢ =0, (2.6.49)
0z

For conveniencey) = 0 ischosenat z = 0, S0 ¢ isodd in z. This equation can be solved
assuming

Y =1+ e + ... (2.6.5)

where v, fulfills the boundary conditions (2.6.3) and (2.6.4) and 0, /0x = 0y /0z = 0
on the rim of the particle. The solution is given by:

w3 0(6)-6)) @269
P = 2%9(3:) (%) (1—<%)2)2 (2.6.7)

where g(z) = 4z(V')? — 260’ — zbb” and ¥/, b’ are the first and second derivative of
b = b(z), respectively. The pressure along the line z = 0 can be calculated by integrating:

(%)ZO — 3 (x e (gg(x) - f@))) (26.8)

where f(z) = 2x(0')? — 200 — xbl”. The zz-component of the total stress tensor (the
superfix [P! indicates the dimensional form)

D] D) 4 5 OO
Tzz =P =+ 277 aZ[D}
reads in dimensionless form
ov, O
T..=—-p+2 =—p—2
b ze 0z p €8x82

where aso T, has been scaled on py = anU/h?. The (dimensionless) force per unit
length, F', on the particle is calculated by integrating 7., along the line z = 0 (with
swopping the order of integration of the Op/0x term):

Fle) = 2 /0 OO(TZZ)Z:O da (2.6.9)

) [e%] 2
= 2/ x(@) dx—4e/ (8\11) dx
0 ox ) ,_, o \020z/ _,

_ /000533(3;) (2x+6 <§g(a¢) —f(x))) dx—4e/ooo%(b—xb’)dx




36 CHAPTER 2

This expression can be rewritten as:
F(G) :F0+€(F1 —FQ)

where

© gy 3
Fy = / 2T _dw = Snv2 = 3.3322
o (1+32?) 4

(o) 5
Fo— / 3z ((% 3_§x_L2))dx—£77r 3 — 11.496
0 ( + xz) 5 (8 + 422) 80
x

[eS) 1_12
B = / 6( : )dezo.o
0 (1+2$)

are numerical constants. In our simulations, we have erroneously used a value of F'; =
12.829, which lead to about 1% overestimati on of the lubrication force. The lubrication
force per unit length in dimensional form, FIP! = p,v/ah F, followsfrom Equation 2.6.10

as.
h -3/2 h —3/2 h
i) _ (g) WU F(ha) (g) JU (Fo+ EFl) (2:6.10)

which expression is correct to the first order of e.

2.7 Analytical model for shear-induced diffusion

2.7.1 Thecoallision frequency of the particlein 3D

Consider asimple shear field in which the velocity of the fluid (in Carthesian coordinates)
isgiven by:

v = 4ye, (2.7.1)

so the x-direction is the velocity direction, the y-direction along the gradient and the z-
direction along the vorticity direction. A collision takes place when two particles touch
each other: r;; = p = a; + a;, where g, isthe radius of particle (7).

Using spherical coordinates (r, 9, ¢) (see Figure 2.11) and the unit vectors:

e, = —cosde, + sinde,
ey = sintye, + cost e, (2.7.2)
e, = —sinpe, + cosye,

where e, isdefined by:
e, = cospe, + sinpe, (2.7.3)
the relative position between two particlesis given by:

ryes = p(—cosv e, + sind ey) (2.7.9)
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Figure 2.11: Geometry for describing atypical collision.

and the relative velocity before collision by:
Vyep = ypsind cos ¢ e, (2.7.5)

We consider a monodisperse suspension with volume fraction ¢ of particles with radius
a. The particle flux onto the surface of atagged particle can be estimated as:

Jj = nv,. = 2na’ysind, cos ¢, €, (2.7.6)

where n is the number density of the particles in the suspension. , and , define the
orientation of the colliding particles. The collision rate in a certain space angle dN../d2
isgiven by:

dN, = —nv,y- (2(1)2 dQe, (2.7.7)
N,
(il Qc = 8na®¥ cos g, sin Y, cos VJ,, (2.7.8)

and the total collision rate:

. dN.
N, = 2 A0
/Qm dQ

19 /2 /2
= —o¢y / sin? 9, cos J,dv, / cos P,dp,
n 0

—7/2
8.
= Z4¢ (2.7.9
T

where Q) is the space angle for which 0 < ¥ < 7/2 and —7/2 < ¢ < ©/2. The
probability that a given collision occurs with orientation (¢, ¢,) or (7 — Uy, T + ©,) iS
given by the function ®(9,, ¢, ):

(ch /dQ)
Jo (ch /dQ) dQ

D (V,, o) = = ; cos ¢, cos ¥, sin v, (2.7.10)
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and the mean time, 7, between two collisions of particle 1 with another particle follows
from Equation 2.7.9:

- ™
T=1/N,.= S50 (2.7.11)
2.7.2 Thecollison frequency of a particlein 2D

In 2D the collision rate under a certain angle al]\'fc/dz&l isgiven by:

AN, = —nv,-2adde, (2.7.12)
dN,
dq?c = 4dna*ysind, cosV, (2.7.13)

and the total collision rate:

. w/2 dN w/2
N, = 2/ Sd) = §¢7/ sin 9, cos ¥,dJ,
0 n 0

dd
4.
— T4 (2.7.14)
T
hence, in 2D
® (V,) = 2cos?,sind, (2.7.15)
and
r=1/N,= — (2.7.16)
© e o

2.7.3 Thedisplacement of the particlein a collision

To describe the displacement of a particle (i) during a collision with particle (j) we de-
scribe the collision with respect to the center of resistance of the two colliding parti-
cles. The initial position of particle (i) is given by ¥,, ¢, (in 2D: ¢, = 0): re, =
a(— cosv,e, + sinv,es(p)). To obtain a simple collision rule we assume affine motion
of the particles as not prohibited by excluded volume effects. When the particles become
into contact they role over each other in the zs-plane. Under this assumption the velocity
during the collision, ¥, < ¢ < 4, is:

vV = V- (I—ee) (2.7.17)

= a¥cosp,sin® (sinv e, + cosV e,)
while the undisturbed vel ocity would be given by:

Voo = a7y COS @, sind e, (2.7.18)

The angular speed ¥ isgiven by: ¥ = 4 cos ¢, sin® ¢ so thetime a collision takes, is given
by:

At = -
7 cos @,

_ (2.7.19)

1 /191 dg (cot ¥y — cot V)
9, sin®¥ B A Cos Y,
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where ¢, isthe value of ¥ a which the collision stops, ¢, = © — ¥, or is taken over by
the next collision:

2 cot ¥
_Cotﬁo ('\/Tscp(; ST)

cotty = (2.7.20)

2 cot Yo ,7_)

cot ¥y — AT cos g, (&COS o

Assuming acollision stops at acertain angle 1}, irrespective of theinitial values of 1, and
©,, the average collision timein 3D is calculated as:

w/2 w/2 t 90 — t Y
(Aty = 3 / / (cot o — cot ) €os , €08 U, sin? Yo di),dep,
0 0

Y COS @,
T
= > (1 —cotdy) (2.7.21)
andin 2D as:
/2 .
(At) = 2/ (cot Do - cot V) cos ¥, sin ¥,dv,
0 Y
1 /7
- : (5 — cotn) (2.7.22)

The displacement Ar can be obtained from integration, from time 0 to 7, of the velocity
(Equation 2.7.17):

At T
Ar = / A% (19, 800) dt + / Voo (191, 800) dt + Ve T
0 At

Y1
= a/ (sind e, + cosVes (vg)) d + / a’y cos ©, sin ¥y e,dt + Ve T
) At

where v, isgiven by:
Vem = 7 (yO — asin 190 COs @o) S
The stochastic part of the displacement s can be obtained by subtraction of the convective

contributionto Ar :

1

Arc = 577— (yO + yl) €

which resultsin:
At T
S = / v (¥, po) dt +/ Voo (Ph, 0) dt + A7 (yo — asindg cos ,) €, —
0 At
1

517 (Yo +11) €

In these expressions At is given by: At = min {7, (2cotvy) / (fcos,)}. Hence, for

(2t% < 1) one obtains:
A cos o

s=0
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and for (—igg:if; > 7):

s/a = [sin?; — sin ] es + [cos Vg — cos ¥y — (2.7.23)
3 (sindy + sinv) (cot g — cot ) e,

where we have used:
AT cos ¢, = cot ¥y — cot ¥y

(in 2D the obtained expressionsfor the displacementsare valid if one substitutes o, = 0).

2.7.4 The saf-diffusion tensor
The self-diffusion tensor D for a particle can be calculated from:

b lss)
27

The averaging has to be done with the weight function ® (Equation 2.7.10) in the follow-
ing way:

(2.7.24)

w/2 w/2
(ss)y = / / (s8) D(Vy, @o) sin ¥,dV, dp, (2.7.25)
—7/2J0

w/2 /2
= 3 / / (ss) sin? 4, cos ¥,dv, cos @, dp, (2.7.26)
0 0
Thediad (ss) isfor At = (2cot ) / (Y cosp,) < T given by:
(ss) = a*(38)
/2 Im (o)
(ss) = 3 / / (58) sin? ¥, cos V,dV, cos @, dp,
0 0

where ¥, (¢,) = arctan (16¢/ (7 cos p,)). Thedyad (Ss) isgiven by:

§ = [sin¥; — sinvy] e + [cos gy — cos )y — (2.7.27)
3 (sindy + sinvh) (cot g — cot ) e,

with
T COS P,

8¢

Finally one obtains an expression for the diffusion tensor:

D = 5q2 20 (38) (2.7.28)

7

cot ¥y = cot g —

Using Equations 2.7.27 and 2.7.28 al the components of the self-diffusion tensor can
be calculated. In the 2D calculations no ¢ dependence exists and the weight function ®
is given by Equation 2.7.15, while in the expressions for the displacements one has to
replace ¢, by 0.
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This paper addresses shear-induced self-diffusion in a monodisperse suspension of
non-Brownian particles in Couette flow, by two-dimensional computer simulations fol-
lowing the Lattice Boltzmann method. This method is suited for the study of (many-
particle) particulate suspensions and can not only be goplied for Stokes flow, but also for
flow with finite Reynolds number.

At relatively low shear particle Reynolds numbers (Regyear,p) (Up to 0.023), shear-
induced diffusivity exhibited a linear dependence on the shear rate, as expected from
theoretical considerations. Simulations at Regpear,, between 0.023 and 0.35, however,
revealed that in this regime, shear-induced diffusivity did not show thislinear dependence
anymore. Instead, the diffusivity was found to increase more than linearly with the shear
rate, an effect that was most pronounced at lower area fractions of 0.10 and 0.25.

In the same shear regime, mgjor changes were found in the flow trgjectories of two
interacting particles in shear flow (longer and closer approach) and in the viscosity of the
suspension (shear thickening). Moreover, the suspended particles exhibited particle clus-
tering. The increase of shear-induced diffusivity is shown to be directly correlated with
this particle clustering. As for shear-induced diffusivity, the effect of increasing shear
rates on particle clustering was the most intensive at low area fractions of 0.10 and 0.25,
where the radius of the clusters increased from about 4 to about 7 particle radii with an
increase of the Regear, from 0.023 to 0.35. The importance of particle clustering to
shear-induced diffusion might also indicate the importance of other factors that can in-
duce particle clustering, such as, for example, colloidal instability.

3.1 Introduction

In concentrated non-Brownian suspensions, shear-induced diffusion affects the motion of
the suspended particles and is consequently of major importance for the flow behaviour
of these suspensions. A variety of interesting rheological phenomena in concentrated
suspensionsis invoked by shear-induced diffusion, such as viscous resuspension (during
sedimentation and cross-flow filtration) and particle segregation in radial and pipe flow
(see eg. [51, 52]). Therefore, this subject has attracted considerable attention from re-
searchers, starting with thefirst direct experimental study of Eckstein, Bailey and Shapiro
in 1977 [14]. Later, theoretical aswell as numerical work followed (see e.g. [26, 53)]).

In contrast to the more familiar diffusion concepts of Brownian diffusion and turbu-
lent diffusion, which are, respectively, caused by thermal fluctuations and inertial effects,
shear-induced diffusion is caused by hydrodynamic particle-particle interactions. The
diffusivity of the particles is the result of the spatial hindrance that they experience in a
concentrated suspension which is macroscopically forced to flow. Although this process
in principle is a deterministic process, it can be described as a diffusion process owing to
the complex nature of the hydrodynamics.

A distinction can be made between shear-induced self-diffusion and shear-induced
gradient diffusion (or migration). The first concept considers the motion of individual
particles in a homogeneous suspension, whereas the latter considers collective particle
migration in the presence of agradient. This paper addresses the concept of shear-induced
self-diffusion only.
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To obtain information about shear-induced self-diffusion, the motion of individual
particles in a suspension must be monitored. Experimental work is mostly carried out
with the use of tracer particles in a suspension. An overview of experimental data on
shear-induced self-diffusion isgivenin two articles of Breedveld and co-workers[17, 18].
Unfortunately, experimental techniques mostly impose severe limitations on the range of
strain values during which the particles can be monitored, which complicates the work on
shear-induced self-diffusion considerably. Theoretical analyses and numerical computa-
tions can therefore be helpful for comparison and for information that cannot be obtained
with experiments.

A theoretical approach of shear-induced self-diffusion is complicated by the fact that
a two-body system in the presence of only hydrodynamic interactions, either does not
exhibit diffusive behaviour (for the motion parallel to the velocity gradient and vorticity
directions) or exhibits singular behaviour (for the motion parallel to the fluid velocity).
Approaches that have been applied to overcome this problem in the theoretical compu-
tation of shear-induced diffusion, are the introduction of an additional pair of particles
[20], examination of three particle interactions [22], introduction of surface roughness on
the particles [21] and introduction of residual Brownian motion and a hard-sphere inter-
particle force [53]. The latter approach by Brady and Morris can be considered the most
successful up to now. It predicts the correct level of anisotropy between the diffusionin
the velocity gradient (D,,) and vorticity (D,,) direction. The calculated diffusivities are,
however, a factor of about six higher than values from experimental studies. Moreover,
the theory predicts a continuousincrease of the diffusion coefficient with volume fraction,
while experimental values level off at high volume fractions. We can therefore conclude
that, in spite of the aforementioned rigorous attempts, up to now, no theory is available
that satisfactorily predicts shear-induced diffusive behaviour.

Some numerical studies on shear-induced diffusion have been reported using Stoke-
sian Dynamics (SD) simulations [25, 26, 54, 55]. Many-body hydrodynamic interactions
are included in this simulation technique. The SD simulations provided self-diffusion co-
efficients that are of the same order of magnitude as experimental results. The computed
anisotropy between Dy, and D,, also compared well with experimental data. Although
the SD simulations strongly contributed to the level of understanding of shear-induced
diffusion, the results of the simulations are not uncontroversial. The dependence of the
diffusion coefficient on the volume fraction, for example, is not clear. While earlier work
shows a continuous increase of the diffusion coefficient with the volume fraction, recent
work suggests the existence of a plateau at high volume fractions [25, 55]. This plateau
was, however, only found for Dy, and not for D,,. Another controversial aspect is the
number of particles incorporated in the system. The computational costs for calculations
on non-colloidal systems (dominated by hydrodynamics) are very high with SD and in
most published work, systems were used with 27 particles only. Since thissystem sizeis
small compared to any realistic system, the results have to be treated with care. The recent
introduction of the Accelerated Stokesian Dynamics (ASD) simulation technique [56],
based on a much faster computational algorithm, allows the study of large systems with
typicaly 1000 suspension particles. Using ASD to study shear-induced self-diffusion,
Sierou and Brady [27] indeed showed the relevance of high particle numbers and suf-
ficiently high strains for reliable diffusion coefficients. Their results, covering the full
diffusivity tensor, can probably be considered the most accurate up to now.

Besides the relatively high computational cost, SD, and also ASD, have other limi-
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tations for the ssimulation of shear-induced diffusion. The suspending fluid is assumed
to be Newtonian and to be flowing under conditions approximating Stokes flow (particle
Reynolds number Re, — 0). Although ASD may have better possibilities, with SD,
the application of non-spherical particle shapes and size distributions is complex. More-
over, it is difficult to make the method suitable for simulations in bounded regimes with
container walls [33]. These aspects may be of importance to gain a better insight into
shear-induced diffusion in practical systems. Therefore, athough SD and ASD are ro-
bust methods that accurately resolve hydrodynamic interactions, they are not yet able to
address all relevant aspects of shear-induced diffusion.

In this paper, a study on shear-induced diffusion is presented making use of a Lattice
Boltzmann (LB) model for particul ate suspensions[33]. Thismodel combines Newtonian
dynamics of solid particles with a discretised Boltzmann equation for the fluid phase.
The many-body hydrodynamic interactions are fully accounted for (with inclusion of an
explicit lubrication force for hydrodynamic interactions over very short distances). The
LB model may have anumber of advantages for the simulation of shear-induced diffusion
over the SD model. Since the interactions between the fluid and the suspended solid
particles can be calculated with simplelocal rules, the computational cost dependslinearly
on the amount of suspended particles, which makes many-particle ssmulations feasible.
The LB model is also not restricted to the Stokes flow regime for fluid flow and can
easily be applied for non-spherica particles, for particles with a size distribution and
for systems bounded by container walls [33]. This may make the LB technique more
suitable for the simulation of shear-induced diffusion in more complex systems, where
the aforementioned aspects play arole.

The aim of this work is to examine shear-induced diffusion outside the Stokes flow
regime, at finite Reynolds numbers, and investigatethe effect of inertia. The fact that these
conditions of finite Reynolds numbers are frequently applied in (industrial) processes of
suspensions, such as milk and other foods, paints and river water, makes the relevance
of this work evident. Although it is well-known that the rheological behaviour of con-
centrated suspensions can become non-Newtonian in this regime, as far as we know, the
scaling of shear-induced diffusion with the shear rate has not been studied yet. In this
study, we furthermore compare the shear-induced diffusive behaviour with the effects of
shear on the flow trajectories of one particle and two interacting particles and on the vis-
cosity of a multi-particle suspension, so as to be able to detect possible correlations. The
study is carried out for two-dimensional (2D) systemsin order to limit the computational
costs. Although thismight lead to differencesin the scaling of the relationsin comparison
with three-dimensional systems, the trendswill be similar asis presented in [78].

In section 3.2, we present an outline of our LB method for particulate suspensions.
Subsequently, we show results of the shear-dependent behaviour of one (flow trajectory),
two (flow trgjectory) and multi-particle (viscosity) systems (section 3.3). In section 3.4,
we present our results on shear-induced diffusion. As arelevant parameter, in section 3.5,
an analysis is made of the suspension microstructure at different shear rates, whereafter
we draw our conclusions.
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3.2 Computer smulation method

We have applied the LB method in our simulations. Since this method has already been
outlined extensively in literature (see e.g. [29, 33]), wewill only recapitul ate the most im-
portant points. The LB method models a compressible fluid (in which the speed of sound
isfinite) in the limit of low Mach number (M a=flow velocity/speed of sound), by solving
the discretised Boltzmann equation for fictitious fluid particles, that are constrained to
move on alattice. The state of the fluid is characterised by the single-particle distribution
function f;(x,t) , describing the average number of particles at a particular node of the
lattice x, at atime ¢, with the discrete velocity c;, which brings the fluid particles in one
time step to an adjacent lattice node. In the simulations described in this paper, the fluid
dynamics were solved with a D2Q9 LB scheme, which is defined on a 2D sguare lattice
with rest particles and 8 non-zero particle velocities. The velocity directions link lattice
sitesto its nearest and next-nearest neighbours. The velocity vectorson this 2D lattice are
defined as:

(0,0), 1=0
ci = ¢ (cos Zim,sin Sl i=1,2,34 (3.1
ﬂ(COS(%W—F%),SiD(%W—F%)), 1=25,6,7,8

The hydrodynamic fields mass density p, momentum density j, and the momentum flux
density I1 are moments of this velocity distribution:

p= Zfi, i= Zficia IT= Z ficici (3.2

The fictitious fluid particles evolve by collisions and subsequent propagation to neigh-
bouring lattice sites. This two-step process is described by the following equations:

flx,t) = foJ)—ZQijffeq(x,t) (3.3)

filx + Ax;, t + At) = fl(x,t) (3.4)

Here f/(x, t) isthe post-colllisional distribution function. The non-equilibrium part of the
distribution function isdefined as f"““(x, t) = fi(x,t) — f{%(x,t). Thelattice spacing is
defined as Ax; = c;At . The collision operator €2;; controlsthe shear stress relaxation at
every lattice site. In our simulations, we applied the collision operator of the Bhatnagar-
Gross-Krook (BGK) model [37, 57], which is a simplification of the full LB model. The
BGK collision operator is defined such that the distribution functions are simply relaxed
at each time step towards the local equilibrium distribution with the relaxation time 7:

fi<X7 t) — fieq(xv t)

T

The relaxation time 7 controls the rel axation of the viscous stressin the fluid and is linked
to the kinematic viscosity v via

v=c (7’ — %) At (3.6)
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where the speed of sound c; is defined by ¢ = ¢?/3. In our simulations we applied
7 =1.0 (in lattice units), which corresponds to a kinematic viscosity v of the fluid of 1/6
(in lattice units). The equilibrium distribution f?(x, ¢) is chosen such that the Navier-
Stokes equations for aweakly compressible system are obtained [36]. It can be expressed
as a series expansion in powers of the flow velocity u:

€ 1 1 17111 c.C 1
fiq = pwl(]_ —+ gu - C; + @uu . CiCy — 202 u2) (37)

where qu is the traceless part of uu, and the double dot product isdefinedas A : B =
Zaﬂ A,3Bso. The weight factors are given by wy = 4/9, wy; = w3 = w; = wy =1/9
and wy = wy = We = Wsg =1/36.

In the LB scheme for particulate suspensions as developed by Ladd [29], the solid
particles are defined by a boundary surface, which can be of any size or shape. The solid
particles are placed on the lattice, where the boundary surface cuts some of the links be-
tween lattice nodes. Fluid particles moving along the boundary surface interact with the
surface at boundary nodes that are located at the lattice nodes nearest to the boundary
surface of the solid particles, following an alternative method to Ladd's, that was devel-
oped by Behrend [38]. In this method, called relaxed bounce back at the nodes, the LB
collisionsare carried out at every node, including the boundary nodes. The collisionrules
at the boundary surface enforce a stick boundary condition on the fluid, which means that
the fluid velocity is matched to the local solid-body velocity u,. This local solid-body
velocity u, (at position x;) is determined by the solid-particle velocity U, its angular
velocity €2 and the position of its center of mass R

ub:U+Q><(xb—R) (38)

After the collision phase, the boundary nodes are updated in the following way:

filx+ Axt+ AL = [ (x.0) + 2{’;’1‘ W e (3.9)
filx— Axpt+ At = flxt) — P, (3.10)
C

S

For moving suspension particles, in this update, momentum is exchanged between the
incoming particles from the fluid and the solid side (the combined momentum of the
fluid and the solid phase is, however, conserved). From this momentum exchange, the
force and torque exerted on a suspension particle is calculated. Hereinafter, the kinematic
properties of the suspension particles are updated with a simple Euler forward integration
of Newton’s second law.

The choice of the location of the boundary nodes, the discretisation of the particle sur-
face onto the | attice and the boundary update rulesinduce a certain hydrodynamic particle
diameter that is larger than the diameter based on the number of occupied lattice nodes
[30]. In dilute systems, in the Stokes flow regime and for sufficiently large particles, the
difference between the input particle diameter and the hydrodynamic particle diameter
can be considered constant (but dependent on the kinematic viscosity). In that situation,
the hydrodynamic instead of the real particle diameter could be used for the calculation
of the particle fraction or shear-induced diffusivity. In our simulations, we focus on rather
concentrated suspensions outside the Stokes flow regime, where we not only expect the
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deviation to be smaller than for dilute systems in the Stokes flow regime, but also to
be dependent on the actual hydrodynamic conditions. Because determination of the ac-
tual hydrodynamic diameter in concentrated suspensions outside the Stokes flow regime
would become very complex, we used the real particle diameter in our simulations, know-
ing that thisgivesa small, albeit probably negligible error. For the relatively large particle
diameters of 16 lattice units applied in this study, this would give a deviation on the in-
put particle diameter of at most 5%. The particle fraction and shear-induced diffusivity
are the most important parameters that depend on the particle diameter. The quadratic
dependence of these parameters on the particle diameter would, in itsturn, giverise to a
maximal deviation of 10% on the particle fraction and the shear-induced diffusivity. In
general, this deviation lies within the standard deviation of our simulation results.

Since a suspended particle is essentially simulated by the introduction of a boundary
surface, separating the interior of the particle from the exterior, the interior of the particle
also consists of fluid. Ladd [30] examined the effects of the interior fluid on the behaviour
of the particle. With a sufficiently high effective mass of the particle, the interior fluid
only contributes an inertial force due to the extra mass of the particle. Our computations
were carried out in this regime, with an effective mass density p,/p of 10. By comparing
simulation results at low Re,, with an effective mass of 3 and 10, we found that the rela-
tively high effective particle mass did not contribute to the observed effects of ke, on the
viscosity and shear-induced diffusion in this paper. It can therefore be hypothesized that
fluid inertia plays a larger role than particle inertiain our system; here, we do not take it
into consideration any further.

Since shear-induced diffusion is mainly governed by hydrodynamic particle interac-
tions, these interactions must be accurately resolved in the computations. When two sus-
pension particles come into close contact with each other, the lubrication force becomes
important. Thisforce is caused by the attenuation of the fluid film in the gap between the
two particles and is repulsive upon approach and attractive upon separation of the parti-
cles. When the gap width between two particlesis of the order of one lattice spacing, the
lubrication force is, however, not exactly resolved with the LB method. Thisis dueto the
discretisation of the particles and fluid on a grid and is a problem that is encountered by
all numerical methods. To overcome this problem, we applied a lubrication correction as
proposed by Ladd and Verberg [33] for a 3D system. It starts with an explicit calculation
of the lubrication force when the gap width is smaller than two lattice units (= 0.25a).
Since we considered a 2D system, we used the following equation for the lubrication
force per unit length F', which is valid for the lubrication force between two cylinders
(see Appendix 3.7):

F = gU ((g)_%(% + %Fl) — (%)_ (Fy + %E)) :

h < he (3.11)
F = 0,h>h (3.12)

where two particles approach each other with avelocity U, 2h = |Ri3| — 2a isthe gap
(distance between the particle surfaces), F, and F} are numerical constants. In accordance
with Ladd and Verberg [33], we applied a correction on the lubrication force to account
for thelubrication force that is already resolved in the computations of the fluid dynamics.
This was done by subtracting the lubrication force at a cut-off distance h. from the total
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lubrication force, asindicated in Equation 3.12. The cut-off distance .. representsthe cut-
off distance between the particle surfaces for the added |ubrication force and was chosen
equal to one lattice unit (= 0.125a) in our study. For 3D systems, Nguyen and Ladd
[40] showed that this correction leads to more accurate results for particle interactions
at short interparticle distances, even with neutrally buoyant particles very near to contact
and without causing instabilities in the particle dynamics. These improvements are also
expected for a 2D system.

We have noticed, that in suspensions with particle fractions exceeding 0.40 and at rel-
atively high shear rates, particle clustering and overlap can occur, which greatly affected
the diffusive behaviour of the particles. This behaviour seems to be correlated with the
lubrication breakdown of concentrated colloids, that was reported by Ball and Melrose
[41]. As suggested by these authors, we applied a Hookean spring force between the
particles for particle fractions exceeding 0.40 to avoid this clustering and overlap. This
Hookean spring force was applied for gaps 2/ smaller than athickness 6 and was applied
in the direction of the line of particle centres, according to:

F,=F,— (%) 2h (3.13)
with a maximal Hookean spring force F},, of 10.0 (in lattice units). The Hookean spring
force is active in a layer around the particle with a thickness ¢/2 of 0.05 lattice units
(= 0.00625a). When using the LB model as described above, we found a good agree-
ment between our computer simulation results for the viscosity and model results of the
Krieger-Dougherty model (particle fractions between 0.05 to 0.55), which isknown to de-
scribe experimental datawell. Especidly at high particle fractions, the viscosity is known
to be highly dependent on particle interactions. The good agreement with the Krieger-
Dougherty model therefore indicates that our model captures the particle behaviour well.

3.3 Effectsof hydrodynamicsand inertiain particle sus-
pensions

Our simulations on shear-induced diffusion are carried out in a 2D multi-particle suspen-
sion (actualy cylinders) in a Couette system with solid moving walls. Before examining
this rather complex system, we firstly studied the behaviour of a single cylinder and of
two interacting cylinders in shear flow, in order to investigate some relevant effects in
a simpler system. The case of the single cylinder studies wall effects and the effect of
Re,, and is compared with data from literature concerning 3D systems. The case of two
interacting cylindersis presented to show the effect of Re,, on the flow trajectory of two
interacting cylinders in shear flow. For this specific case, neither analytical nor numer-
ical (2D) solutions were available so the comparison with literature is only qualitative.
Besides these one and two cylinder systems, we determined the effects of Re, on the
viscosity of a multi-particle suspension, which enabled us to examine the collective par-
ticle behaviour in a Couette system with solid moving walls and relate this behaviour to
the results presented in section 3.4 and 3.5 of this paper. The results of the preliminary
simulations are discussed in this section.

The computer simulations on a single and on two interacting cylinders were carried
out in a Couette system, consisting of a box with solid walls at the upper and lower
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Figure3.1: Theangular velocity w asafunction of Recar,, for asingle cylinder with radius
a in shear flow. The distance between the solid walls of the Couette system was varied
between 2.5a and 40a. The results are compared to results of Nirschl and co-workers [42]
for a 3D system. The inset shows a scheme of the simulated situation.

side and periodic boundaries at the left- and right-hand side of the box. The walls move
parallel to each other with a constant velocity, but in opposite directions. The width of
the box between the periodic boundaries was equal to 640 lattice units (=80a). The height
of the box between the two paralel walls was 320 lattice units (=40a) (in most cases)
and the wall velocity was between 0.002 and 0.054 lattice units per time step, resulting
in a shear rate between 1.25*10~° and 7.50*10~* per time-step. Therewith, the shear
based particle Reynolds number Regpear , (= 47a? /v, with v the kinematic viscosity) was
between 0.019 and 1.152. For the case of asingle cylinder, the height of the box and the
wall velocity were varied, but in such a way that the shear rate and Regpear , Were in the
range indicated above.

For a single cylinder placed at the horizontal centerline of the Couette system, the
equilibrium angular velocity of the cylinder is determined as a function of the distance
between the solid walls and as a function of Regpear . 1N this paper, the angular velocity
w isnormalised for the shear rate. We compare our resultsto results of Nirschl and others
[42], who carried out comparable computations with a finite volume numerical scheme,
but for a 3D system. Taylor [43] derived an analytical solution for low Reynolds number
flow over arotating sphere in simple shear, which predicts an angular velocity w of a half.
The computed angular velocity w is presented as afunction of Regyear, iN Figure 3.1.

For a distance between the wallsY = 10a and Y = 40a and Reghear, <0.5, the
angular velocity w approached Taylor’s solution to within afew percent. For Reghear , UP
to 1.152, no large influence of Regpear,, ON the angular velocity w is seen. The influence
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was dightly larger for larger distances between the walls. Thisis in agreement with the
findings of Nirschl and others [42] for a 3D system. The influence of Regear, Can be
attributed to the blockage of fluid near the particle axis. This blockage creates a recircu-
lation of fluid, and the streamlines divert into the gap between the wall and the particle.
Therewith the resistance to flow in the gap increases, and the flow losses are larger with
increasing Reghear p, |€adINg to a decrease of the angular velocity w. When the distance
between the walls is smaller, the recirculation is inhibited so that the effect of Regpear
isless than for larger distances. When the distance between the walls decreased to 5a or
smaller in our simulations, the walls had an increasing effect on the angular velocity w.
Compared to the 3D results of Nirschl and others, this effect is more pronounced in a2D
system. This can be understood because the intensity of the flow field around a cylinder
islarger than around a spherical particle.

All together, these results lead us to the conclusion that in the shear regime of our
study, Resnearp d0O€S Not have a significant effect on the rotation of a single cylinder.
When the cylinder closely approaches a solid wall, the angular velocity decreases owing
to the interaction with the wall. This effect is larger in a 2D than in a 3D system. These
results also give an indication of wall effects in a Couette system where the cylinder is
placed eccentrically in that system. It is known that cylinders tend to migrate to the
centerline of a Couette system [58]. The migration velocity is, amongst others, dependent
on the distance from the wall. We can expect that migration becomesimportant at particle
distances from thewall where the angular velocity issignificantly affected. Consequently,
when wall effects on the total system need to be negligible, the distance between thewalls
in a multi-particle system needs to be sufficiently high. Therefore, the distance between
the walls was minimally 56a in the simulations on multi-particle systems in the rest of
this paper.

In another study, we determined the drag coefficient of asingle cylinder settling along
the centerline of a confined channel (results not shown). These results were found to be
in good agreement with results of Feng and others [59] and Aidun and Lu [60], indicating
that the drag of atransposing cylinder is accurately resolved with our LB method.

The interactions between two cylinders subjected to simple shear flow provide an im-
portant basis for analysing shear-induced diffusive behaviour of suspensions, because this
behaviour can be considered the basis for shear-induced diffusion in the low concentra-
tion limit. Batchelor and Green [44] have derived analytical solutionsfor 3D systems of
spheres without inertia. Trajectories can either extend to infinity (open tragjectory) or not
(closed trgjectory). The interaction between equal-sized spheres is symmetric and such
spheres can approach each other to exceedingly small separations. Factors such as surface
roughness can disturb the symmetry of the process, because this can impose an additional
force onto the spheres when in close contact. Therefore, closed trajectories will probably
only occur for very smooth spheres. We have studied the effect of inertiaon hydrodynam-
ically interacting cylindersby varying Regpear , 1N @System with two equal-sized cylinders
in an open trajectory.

In our simulations, these two cylinders were placed in the box at heights symmetrical
around the horizontal centerline, at a distance of 19.25a from the moving wall and 0.75a
from the centerline. The initial horizontal distance between the cylinders was 10.0a.
Based on the simulations on one cylinder as presented in Figure 3.1, it can be expected
that the walls did not affect the flow of the cylinders. The trgjectories of the interacting
cylinders were computed for various shear rates (Figure 3.2).
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Figure 3.2: Flow trgjectories for two interacting cylinders with radius a in shear flow.
Reghear,p Varied between 0.019 and 0.518. The positions are related to the initial midpoint of
the two cylinders.

At Reghear , 0.019 and 0.058, no clear effects of inertia can be seen in the flow tra-
jectories. In their tumbling movement around each other, the cylinders reach a minimum
separation of 0.20 x 2a (Figure 3.3). When compared to 3D systems, this minimum sep-
aration is large. This can be explained because the flow of fluid out of or into the gap
during respectively approach or separation of two parallel cylindersis more hindered than
for the case of spheres. The trajectories upon approach and upon separation are prac-
tically symmetric, which is in accordance with the relatively large separation distances
in this system. At Regnear, >0.058, inertial effects become visible in the trajectories.
One effect is that the separation distance between the cylinders became smaller, both
during approach and during separation. The minimum separation between the cylinders
decreased t0 0.112a for Regpear,, €qual to 0.52 (Figure 3.3). Thiseffect can be explained
because inertia causes the cylinders to move to different streamlines, and is probably due
to particle inertiarather than fluid inertia. A second effect is that at larger separation dis-
tances, the cylinders slowly moved towards the center axis of the system before they start
tumbling over each other. Upon separation, a similar movement away from the center
axistook place. Inertial effectsin the fluid flow around the cylinders are the most proba-
ble cause for this effect. Finally, the tragjectories upon approach and separation exhibited
an increasing asymmetry with increasing Regpear,p- This effect, although small, can be
seen in Figure 3.3. The minimum separation was still too large to be able to explain the
observed asymmetry with the action of the repulsive Hookean spring force F}, or with
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Figure 3.3: Separation distance as afunction of the horizontal position of the upper cylinder,
for two interacting cylinders with radius a in shear flow. Re,car,, Varied between 0.019 and
0.518.

the effect of surface roughness (a different flow trajectory would then also be expected).
Inertial effects seem, therefore, to be responsible for this asymmetry.

The inertial effects during the interaction between the cylinders lead to a dispersal of
the cylinders at Regpear, ,=0.52, Which proceeded with repeated encounters of the cylin-
ders (Figure 3.4). Even when the separation distance between the cylinders has become
larger than 7 x 2a, the dispersal still proceeds. Because the vertical velocity decreases
with increasing separation distance and does not exhibit a logarithmic trend in time, it
is expected that the cylinders will have reached their equilibrium position at a separation
distance of about 8 x 2a. The distance from the walls was still about 12a, so that it is not
likely that this final separation distance is affected by the presence of the walls.

The viscosity is determined from a multi-cylinder suspension in a Couette system,
With Reghear p Varying between 0.003 and 0.33. Our resultsfor the viscosity are presented
asrelative valuesto results from the semi-empirical model of Krieger and Dougherty [46].
Thismodel is known to give accurate predictions for the viscosity at low Re, for both 2D
and 3D suspensions. The effective viscosity 15/ is calculated as follows:

—[n]pmax
taf i = (1 - ;‘b—>) (3.14)

where (¢;) isthe averaged solid volume or areafraction and ¢,,,. isthe maximum packing
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Figure 3.4: Vertical position (Y — Y.enter)/a @ afunction of the strain+t for two interacting
cylinders with radius a in shear flow. Regshearp, Was equal to 0.518. The initial position of
the cylinders was symmetrical around the center axis, at a distance of 0.75a from the center
axis and of 19.25a from the nearest wall. The oscillations in the trgjectory are caused by the
repeated encounters of the cylinders.

fraction, which has a value of 0.82 for a 2D suspension. The dimensionless factor [n] is
the intrinsic relative viscosity of the suspension and has avalue of 2 for a 2D suspension.

In our computations, the system height and width were 518 (= 64.75a) and 259
(= 32.38a) lattice units, respectively, and the shear rate varied between 1.93*10-% and
2.16*10~* per time step. An amount of 66, 166 or 266 cylinders with radius a were ran-
domly suspended in the domain, corresponding with area fractions ¢ of 0.10, 0.25 and
0.40, respectively. The viscosity was determined from the average stress at the walls over
a strain range of at least 1.5 at a shear rate of 1.93*10-% per timestep, increasing to a
strain range of 86 at a shear rate of 2.16* 10~ per time-step. Thisincrease of strain range
was necessary to acquire sufficient accuracy at high shear rates, where the time-dependent
fluctuations of the stress were higher.

Our viscosity data in the regime with low Regpear, agree well with the Krieger-
Dougherty model since the normalised viscosity is around 1.0 (Figure 3.5). At higher
Reghear p, NOWever, starting at Regpear,,=0.012, shear thickening occurred in the suspen-
sions with area fractions of 0.25 and 0.40. This shear thickening was most intense at an
area fraction of 0.40, where the effective viscosity increased about 35% for an increase
Of Reghearp 10 @ vaue of 0.1. At these high values for Regpear p, the viscosity starts to
level off. The velocity profile in the Couette system was found to be linear, except for
¢ =0.40 and Regpear, >0.2, where slip started to occur near the wall. At ¢ =0.40 and
Reghearp =0.33, this lead to a decrease of the shear rate in the bulk phase of about 15%
when compared to a situation with a linear profile. This might also have consequences
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Figure 3.5: Viscosity of a 2D suspension as a function of Regcar,, for suspensions with

acylinder area fraction ¢ of 0.10, 0.25 and 0.40. The viscosity is presented as the effective
viscosity, normalised for model results of the Krieger-Dougherty model (¢.x =0.82, [n] =2)

at the respective area fractions. The lines are fits to the data points and are drawn as a guide
to the eye.

for the accuracy of the viscosity calculations, since the viscosity is determined from the
stress near the wall. For the great majority of the calculations, however, dlip did not play
arole and the viscosity calculations are expected to be accurate. For highly concentrated
suspensions, the increase of viscosity with increasing particle fraction in the Stokes flow
regime has been found to coincide with particle clustering [61]. It might be that in our
case, where we found a viscosity increase with shear rate, particle clustering also plays a
role. An analysison particle clustering in our system istherefore presented in section 3.5.

Although limited results are available, shear thickening behaviour has aso been ob-
served by other authors, experimentally as well as in computer simulations (see e.g.
[47, 62]). Shear thickening is found particularly in suspensions where hydrodynamic
forces are dominant (at high Peclet number (= % where Kk is the Boltzmann con-
stant and T the absolute temperature)). Similar to our results, Shakib-Manesh and others
[47] observed shear thickening of 2D suspensions. In their study, for suspensions with
a cylinder area fraction up to 0.52, the effect of shear thickening on the viscosity was
only relevant when Regp,eor , Was larger than about 0.5, so, in a quantitative sense, their
results do not fully agree with ours. This may, however, be due to differences in the way
the particle interactions are handled at short distances in the codes used. In contrast to
our method, Shakib-Manesh and co-authors did not correct for the lubrication force at
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short particle distances; this difference might be relevant for clustering behaviour of the
suspension. This comparison shows that shear thickening can be delicately affected by
interparticle forces, which hampers quantitative comparison of data.

3.4 Shear-induced diffusion at non-zero Reynolds num-
bers

In this section, we present results of LB simulations on shear-induced diffusion in 2D
systems. In these 2D systems, we can distinguish components of the shear-induced self-
diffusion tensor in the fluid velocity and in the velocity gradient direction, and their diag-
onal component. Whereas the displacements in the velocity gradient direction are purely
determined by the hydrodynamic interactions between the cylinders, the displacements
in the fluid velocity direction also consist of a convective term due to the shear flow of
the fluid. The analysis of shear-induced self-diffusion in the velocity gradient directionis
consequently more straightforward. Since the component in the velocity gradient direc-
tionis, in practice, the most relevant, we only describe our results for this direction.

The relevant time and length scalesin the system are the shear rate 4 and the cylinder
radius a, respectively. On the basis of dimensional arguments, it can be shown that the
self-diffusivity scales as va? (in the Stokes flow regime). All diffusivities reported are
therefore normalized on va? .

The shear-induced self-diffusion coefficients can be determined from the increase of
the mean-sgquare displacements with time after diffusive motion has been established,
according to:

(y(t)y(t)) ~ 2Dyt (3.15)

The angle brackets denote an average over al cylinders in the system, while y denotes
the displacement of asingle particle in the direction of the velocity gradient. D, denotes
the self-diffusivity in the velocity gradient direction. This self-diffusivity is defined as the
time rate of change of a half multiplied by the mean-square displacement:

lim 29y ty(0) (3.16)

vy = t—o0 th

D

The motion of anon-Brownian cylinder is, in principle, purely deterministic and the dis-
placement of a given cylinder depends only on the externa velocity field and its inter-
actions with al other cylinders in the system. To obtain the random displacements that
are a characteristic of diffusive motion, the initial cylinder configuration must aso be
changed. As a consequence, the sampling time must be relatively long in order to deter-
mine the diffusion coefficients. Therefore, shear-induced diffusion can be characterised
as along-time diffusion process.

As for the aforementioned studies on one or two interacting cylinders in shear flow
and on the viscosity in relation to the particle fraction, the system consisted of a Couette
system with periodic boundaries in the flow direction of the fluid and two moving walls
inthe velocity gradient direction. A varying number of cylinderswith aradius of 8 lattice
unitsis randomly distributed in the system at the start of the ssmulation. The simulation
runs were started with position-dependent fluid and cylinder vel ocities according to linear
shear flow.
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Figure 3.6: Mean-square displacement in the velocity gradient direction as a function of
time, both presented as dimensionless values, for a 2D suspension (N =200, ¢ =0.25) in
shear flow at Regpcar,p =0.023.

Asan example of the typical time-dependent behaviour of the cylinder displacements,
in Figure 3.6, a mean-square displacement curve is shown for a system with a cylinder
number N of 200 and an areafraction ¢ of 0.25. From the double-logarithmic plot in Fig-
ure 3.6, it becomes clear that, at very short times, the mean-sguare displacement shows a
quadratic temporal behaviour, which corresponds to the deterministic strongly correlated
cylinder displacementsin thisregime. Only after a strain of about 4¢ =8 do the cylinder
displacements become random, resulting in a linear behaviour of the mean-square dis-
placement curves. The diffusion coefficient, which is evaluated from this simulation run,
isalso given in Figure 3.6. In order to evaluate the effect of the initial particle configu-
ration on the diffusion coefficient, we split the displacement curve of one simulation run
into several curves which start at different times of the simulation run (and consequently
at different particle configurations). In each separate curve, the mean square displacement
was monitored over a strain of 30. The final diffusion coefficient is the mean value of the
diffusion coefficients that were determined from the individual mean square displacement
curves.

From a strain +t of about 1 to 8, atransitional regime exists, in which the temporal
behaviour is neither quadratic nor linear. The time-dependent behaviour in our (2D) sim-
ulations seemsto compare well with the findings of Sierou and Brady [27] from their (3D)
ASD simulations. Our results confirm their statement that strains must be sufficiently long
inorder to obtain an accurate value for the shear-induced diffusion coefficient. Strainsthat
are too small lead to an overestimation of the shear-induced diffusion coefficients. This
probably explains the relatively high diffusion coefficients in some experimental studies,
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Figure 3.7. Component Dy, of the shear-induced self-diffusion coefficient as a function of
the cylinder number N for a 2D suspension (¢ =0.25) in shear flow at Regear, =0.023.
The width of the simulation box between the periodic boundaries is varied, while the height
between the confined walls is kept constant at 71a. The error bars indicate the standard
deviation of the mean shear-induced self-diffusion coefficient, which is determined from 6-
12 individual mean-square displacement curves with different initial particle positions and
over astrain of 30.

e.g. the study of Breedveld and co-workers[18].

The number of cylindersin the system is known to be an important factor in the de-
termination of the diffusion coefficients [27]. The main reason for thisisthat for cylinder
separations greater than the length of the system, the cylinders can interact with their pe-
riodic images, which affects the diffusivities. Smaller cylinder numbers correspond with
asmaller system size, which might lead to alarger deviation in the calculated diffusivity.
For concentrated suspensions, it can be expected that this deviation depends more on the
cylinder number than on the system size (in other words, a higher concentrations, smaller
system sizeswould suffice). In our system, thisideaisonly relevant for the velocity direc-
tion, since we have no periodic boundariesin the velocity gradient direction. Because the
number of cylindersthat is sufficient for an accurate calculation of the diffusivity cannot
be theoretically evaluated, it needs to be established in an empirical way. Therefore, in
Figure 3.7, the calculated diffusion coefficients are presented as a function of the number
of cylinders for an area fraction ¢ of 0.25. To investigate the effect of the number of
cylinders, only thewidth X of the simulation box was varied, while the height Y between
the confined walls was kept constant at 71a.

For cylinder numbers smaller than N =100, there is a rather sharp increase in diffu-
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sivity with the number of cylinders. Thisis followed by alevelling off of the diffusivity
with higher numbers of cylinders. The decrease of the standard deviation from N =200
to N =600 reflects the improved statistical accuracy by the increased cylinder number,
since the same number of configurationsis used for the calculation of shear-induced dif-
fusivity. From the observed relationship, we draw the conclusion that a cylinder number
of more than 100 is required for the determination of diffusivities with sufficient accu-
racy. Although not expected a priori, the relation between the diffusivity and the cylinder
number is found to compare well with the one that was found in SD simulations for 3D
systems[27]. Our results therewith confirm a statement of Sierou and Brady [27], namely
that the results of Foss and Brady [55] are influenced by the fact that they only used a
particle number N of 27 in their SD simulations. For the following simulations presented
in this paper, we applied a cylinder number N of 200, unless otherwise stated. The size
of the simulation box is chosen such that Y was always twice as large as X, asis the
case in the simulations presented in Figure 3.7 with N =200. The distance between the
solid walls Y was such that the measured shear-induced diffusivity agrees with that of an
infinitely large system (results not shown).

LB simulations are not limited to the Stokes flow regime. This makes it possible to
determinethe particle movementsin systemswith non-zero Reynolds numbers, which can
be considered relevant for many practical systems. During pipeflow and microfiltration for
example, the shear rate can, in general, easily exceed values of 1000 s~!, whichis aready
beyond the Stokes flow regime for suspensions with particles sizes in the micrometer
range. On the basis of the consideration that particle interactions cause shear-induced
diffusion and that the number of particle interactions scales linearly with the shear rate,
it can be expected that the dimensionless diffusion coefficient Dy, /7a* is independent
of 4 in the regime where inertial or other shear-related effects do not (yet) play arole.
To our knowledge, however, it is not known at which conditions inertial or other shear-
related effects come into play and how they affect shear-induced diffusion. We therefore
analysed the particle movementsin the velocity gradient direction in relation to Re ghear p-

For Regpear,, from 0.023 up to 0.346 and cylinder areafractions of 0.10, 0.25 and 0.40,
the mean square displacement (yy) /a* asafunction of the strain 4t is presented in Figure
3.8. Therelation was linear (after a strain 4t ~8), as in accordance with shear-induced
diffusive behaviour. We also observed that the average displacement in the velocity gra-
dient direction remained (nearly) zero for particle area fractions of 0.10, 0.25 as well as
0.40. The particle distribution across the height between the two walls remained nearly
constant in time aswell, which also indicates that no net particle transport has taken place.
At a cylinder area fraction of 0.10 and 0.25, a systematic increase of (yy) /a? with 4t is
observed when Regp,car , Was increased. At a cylinder area fraction of 0.40, this increase
with Reghear , Was alSO present, although not as evident as for an area fraction of 0.10 and
0.25. The diffusivity seemsto reach a plateau value at this area fraction of 0.40. As men-
tioned in section 3.3, wall slip startsto occur at ¢ =0.40 and for Regpear,, >0.2. The effect
of wall dlip on the shear rate seems too small to explain the relatively small increase of
the diffusivity at ¢ =0.40, but the behaviour might be related to microstructural features.
Thisisinvestigated in the next section.

The results indicate that the dimensionless diffusion coefficient D, /7a?, as deter-
mined from the slope of the curves in Figure 3.8, was not independent from the shear
rate, asis shown in Figure 3.9. For ¢ =0.10, 0.25 and 0.40, the increase started at about
Reghearp =0.04, which is comparable to where the shear thickening behaviour started.
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time, both presented as dimensionless values, for a 2D suspension (N =200, ¢ = 0.10 (a),
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Figure 3.9: Component Dy, of the shear-induced self-diffusion coefficient as a function of
Reghear,p for a2D suspension (N =200) in shear flow with a cylinder areafraction ¢ of 0.10
(filled circles), 0.25 (open triangles) and 0.40 (filled squares). The error bars indicate the
standard deviation of the mean shear-induced self-diffusion coefficient, which is determined
from 6-12 individual mean-square displacement curves with different initial particle positions
and over a strain of 30. The lines are fits to the data points and are drawn as a guide to the

eye.

The effect of the cylinder fraction was, however, opposite to the effect on the viscosity,
because we observed the largest relative effects on shear-induced diffusion at the lower
cylinder fractions.

In spite of the lower number of particle collisions, the standard deviation of the shear-
induced diffusivity was relatively low at a particle area fraction ¢ =0.10. This indi-
cates that, in principle, the averaging took place over sufficiently large strains and with
sufficiently high cylinder numbers. The standard deviation, however, increased with in-
creasing Reghear,, @d when D, /va? exceeded avalue of about 0.10, the standard devia-
tion was relatively large, indicating time-dependent fluctuations in the collective cylinder
movements. This might be a combined effect of correlated movement of the cylinders,
caused by particle clustering, and high stresses on the cylinders. Improving the accu-
racy of the shear-induced diffusion coefficients in this regime would require much larger
systems, which was not deemed necessary in this study.

It may be expected that the dependence of the shear-induced diffusivity on Reghear p 1S

due to the correlated motion of cylinders, in other words, to the formation of a suspension
microstructure. In the next section, this microstructure is analysed in order to have a
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clearer picture of shear-induced changesin the suspensions.

3.5 Shear-induced changesin microstructure

In order to analyse the microstructure, we determined the 2D pair-distribution function,
which represents the concentration distribution of cylinders around a cylinder. This pair-
distribution function was assessed by averaging the pair-distribution function of two sep-
arate simulation runs. In each simulation run, the distribution function was determined
by averaging the distribution at five different strains, namely at 4t =30.0, 37.5, 45.0,
52.5 and 60.0. Cylinders at a position closer than adistance 0.2Y (Y =height between the
walls) from the wall were excluded as reference particles from the distribution function,
in order to avoid wall effects. The concentration distributionsare only shown for A X and
AY smaller than 3.5a, because outside this region no cylinder preference positions could
be observed. For a cylinder area fraction of 0.10, a clear effect of Regpear, Can be seen
(Figure 3.10).

At Reghear , =0.023, aconcentration peak can be observed above and under the cylin-
der, at a distance of about 2a — 3a. The concentration distribution was anisotropic as no
peak can be observed left and right of the particle. At higher Regpear,p, the concentration
peak at a distance of about 2a — 3a becomes more circular (isotropic) as well as more
pronounced. A maximum concentration peak with a value of about 1.4 a.u. isfound at
Reghear p =0.161. These results clearly show that the cylinders tend to stay closer to each
other at higher Regpear p- FOr acylinder areafraction of 0.25, already at Regpear , =0.023
acircular concentration peak was present at a distance of about 2a — 3a (Figure 3.10).
Small peakswith a maximum concentration of about 2.8 a.u. were already present aswell.
With increasing Regnear,p, the concentration peak was more pronounced, which again in-
dicates an increased clustering of the particles. The concentration profile at a cylinder
areafraction of 0.40 was already very pronounced at Regpear , =0.023 with locally maxi-
mum concentrations of about 5.0 a.u. (Figure 3.10). In contrast to cylinder area fractions
of 0.10 and 0.25, high Regpear,p, hOwever, did not invoke more clustering. This seems
to be consistent with the effects on shear-induced diffusion, where we aso found minor
changes at a cylinder area fraction of 0.40.

In the pair-distribution function, the concentration peaks at short interparticle dis-
tances are generally very high, whereas they are less pronounced at longer interparticle
distances, especially in the case of isotropic distributions. This makesthe pair-distribution
function less sensitive to concentration variations at longer interparticle distances and
therefore not suited for the analysis of the size and density of the particle clusters. These
parameters can, however, be determined from the scaling of theintegrated pair correlation
function, according to aversion of the so-called sandbox method [63]. In this method, we
consider the number of particles n(r) in a sphere of radius r around any particle of the
cluster. Simple linear regression on log(n) versus log(r) yields the parameters no and d;
from the scaling relation for fractal clusters:

n(r) =ng - (£>df (3.17)

where ng is adimensionless proportionality constant (generally of order unity, the actual
value of n depends on the definition of » used) and d; is the fractal dimensionality. In a
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Figure 3.10: The 2D pair-distribution function, averaged over a strain +t from 30 to 60, for
a 2D suspension (N =200) in shear flow with a cylinder area fraction ¢ of 0.10 (top), 0.25
(middle) and 0.40 (bottom) at Reghear,, =0.023 (l€ft), 0.161 (middle) and 0.346 (right). Dark
regions represent high probability and light low.

plot of log(n) versuslog(r), we would see afractal regimefor low values of » which ends
at the size of the average cluster in the system (we have neglected effects of monomers,
which have zero close neighbours and hence suppress ng). At high values of » we have
the homogeneous regime, where the number of neighbouring particles ssmply scales with
the volume of the surrounding sphere. The prefactor then becomes the volume fraction:

r\ 3
n(r)=¢- <a> (3.18)
In our 2D system, the number of neighbouring cylinders scales with the area of the sur-
rounding cylinder, which changes the power in this equation from 3 to 2. If the fractal
regime extends all the way to the homogeneous regime, there is an intersection point be-
tween the two regimes. The radius which corresponds to this intersection point is called
the correlation length ¢ and is an indication of the average size of the aggregates. In many



SHEAR-INDUCED SELF-DIFFUSION AT NON-ZERO REYNOLDS NUMBERS 63

systems, however, there will be a finite cross-over regime between the fractal and ho-
mogeneous regime, which can, for example, be due to the existence of clusters of various
sizes and shapes. In thiscase, the correlation length can be defined by linear extrapolation
of the fractal and homogeneous scaling regime to the intersection point.

In our results, from a distance of 5a — 10a, the regime is indeed found to be homo-
geneous (Figure 3.11). Theregimeis clearly non-homogeneous for smaller distances, but
the slope varies with the distance. This indicates that aggregates are present, but that the
fractal dimensionality varieswith the distance from the center of the aggregate. The aver-
aged size of the aggregates can be obtained from the point where the non-homogeneous
regime turns into the homogeneous regime; a constant fractal dimensionality is not re-
quired. Therefore, the correlation length was assessed by determining the distance r/a
where the fit value, obtained by linear regression of the log(n(r))-log(r/a)-plot at dis-
tances r/a larger than 10, deviated more than 5% from the actua value of log(n(r)).
These data are also given in figure 11. The correlation length is found to depend on the
cylinder areafraction in the system as well as on Regpear - The lowest correlation length
of 2.3a isfound for an area fraction of 0.40 and Regpear,, =0.023. For area fractions of
0.10 and 0.25, the correlation lengthswere 4.0a and 3.9a, respectively (Reghear , =0.023).
With increasing Regnear,p, the correlation length tends to increase, to maximal 7.5a, 6.9a
and 5.3a for area fractions of 0.10, 0.25 and 0.40, respectively. The largest clusters are
again found at the lowest area fraction.

Compared to the pair-distribution functions, these results provide additional informa-
tion about the size of the clusters. The results agree well with each other; the largest
effects of Regpear , ON the microstructure are found for the lowest area fractions. More-
over, thetrends in the effects of Regpear,, ON the microstructure agree well with the effects
on shear-induced diffusion. It seems likely that the microstructure is the coupling factor
for the effect of Reghear , ON shear-induced diffusion. The development of particle clus-
tering might, moreover, be related to the longer and closer approach of two interacting
particles at higher shear rates. This direct relationship with microstructure does, however,
not exist for the viscosity of the suspension, where not only the microstructure seems to
be important but also the averaged solid volume fraction, resulting in a more pronounced
effect of Regearp @ high area fractions [47]. Because of the direct coupling between
microstructure and shear-induced diffusion, it can be expected that other factors that can
affect the microstructure, such as attractive colloidal forces between the particles, will
also affect shear-induced diffusion.

In our results, Regpearp Starts to have a significant effect on the shear-induced diffu-
sivity at avalue of about 0.1. In practical systems, for a suspension with particles with a
radius a of 3 um, for example, a shear rate of about 2800 s~ would be required in order
to obtain thissignificant effect. For larger particles, thisvalue quickly dropsto even lower
values. The shear rate in thisexampleiswell within the range of commonly applied shear
rates, which indicates the relevance of this study to practical systems.

3.6 Conclusions

In this study, the LB method was applied in order to examine the effects of shear rate on
the flow behaviour and microstructure of non-Brownian suspensionsin a Couette system.
In the shear regime studied, inertial effects on a single cylinder were negligibly small.
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Figure 3.11: The number of cylinders n(r) contained in a circle of radius r for a 2D sus-
pension in shear flow with a cylinder area fraction of 0.10 (a), 0.25 (b) and 0.40 (c) at
Reghear,, =0.023-0.346. The values are time-averaged over a strain vt from 30 to 60. The

correlation length ( represents the distance where the cylinder distribution changes from non-
homogeneous into homogeneous.
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In a system with two interacting cylinders, however, some effects of the shear rate were
present. First, the cylinders approached each other more closely and during a longer
time with increasing shear rate, which is in accordance with expectations when inertia
causes them to move to other streamlines. Secondly, at Reghear, higher than 0.06, the
particle trgjectory started to become asymmetric, finally leading to a dispersal of the two
particles. The viscosity was aso dependent on the shear rate in the shear regime studied:
the suspension namely exhibited shear thickening behaviour.

In order to know how we could reliably evaluate shear-induced self-diffusion in our
system, first, the displacementsof the particleswere monitored asafunction of strain. The
simulations clearly showed that shear-induced self-diffusion is a long-time diffusive be-
haviour, which typically only established itself after a strain of about 5-10. Furthermore,
it is shown that at least a few hundred suspended particles are needed in the simulations
to resolve shear-induced diffusion coefficients reliably. For systems with fewer than 100
particles, the suspended particles interact with their periodic images over the periodic
boundariesin the system, leading to an underestimation of the diffusion coefficients.

Following the developed method, the effect of Regpear,, UP to 0.35 on shear-induced
self-diffusion was investigated for particle fractions of 0.10, 0.25 and 0.40. In contrast
to theory for the Stokes flow regime, which predicts a linear increase of the diffusivity
with shear rate, the mean sguare particle displacements were found to increase faster
at increasing Reghear p, |€2diNg to @ similar increase of the dimensionless shear-induced
diffusion coefficient D, /%a?. Thisincrease was most pronounced at particle fractions of
0.10 and 0.25 and started already at Regpear,, €qual to 0.05-0.07, which is comparable to
the shear regime where effects on two interacting particles and the viscosity arose.

Analysisof the microstructure of the suspensionsrevealed that an increase of Reghear
leads to an increase of particle clustering, especiadly at particle fractions of 0.10 and
0.25. The effects of Regpear,, ON particle clustering relate well to the effects on shear-
induced diffusion, indicating that the microstructure of suspensions is a key factor for
shear-induced diffusivity. Thiswill be very relevant for suspensions with attractive inter-
particle forces.
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3.7 Lubrication forcein a 2D suspension

We apply lubrication theory to calculate the hydrodynamic force between two cylinders
in a 2D suspension. For small gaps (i.e. rim to rim distances) 2h the force between two
adjacent cylinders can be calculated, solving the flow field in the gap upto first order in
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e = h/a. Inthe calculation two cylinders are considered, approaching each other with
avelocity 2U. A Cartesian coordinate system (ey, e,) was used with the origin at the
center of the gap. The z-coordinate, taken along the line of centers, was scaled on ~ and
the x-coordinate was scaled on v/ah; the z-component of the velocity was scaled on U, the
X-component on /a/h U. The pressure was scaled on anU/h?. Under these conditions,
the differential equation for the dimensionless streamfunction ) becomes:

o' o L, 0%
554 2€3x2322 € pp =0 (3.7.1)

Therim of both disksis described by »z = £b(x) with

b(z) =1+ 12 +efa’ + L% + . (3.7.2
and the boundary conditions on these rims read.:

3

Uy = — = Fl1, (3.7.3)
ox

Vyp = 8_1/1 =0, (3.7.9)
0z

For convenience, 1» = 0 ischosenat z = 0, so ¢y isodd in z. This equation can be solved
assuming

Wb = 1o+ ety + ... (3.7.5)

where v, fulfils the boundary conditions (3.7.3) and (3.7.4) and 01, /0x = 01, /0z = 0
on the rim of the particle. The solution is given by:

w= 5 (36)-6)) @79
o= o0 (5 (1-G)) @77)

where g(z) = 4z(V')? — 2bV — xbb” and V', V' are the first and second derivatives of
b = b(x), respectively. The pressure along theline = = 0 can be calculated by integrating:

<%)ZZO — 3y <x e (gg(x) -3 f@))) (37.8)

where f(z) = 2z(V')* — 200 — zbb”. The zz-component of the total stress tensor (the
superfix [P! indicates the dimensional form)

8'0?}
OzID]

T = P + 29
reads in dimensionless form

Tzz =—-p+ 2¢
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where also 7. has been scaled on py = anU/h% The (dimensionless) force per unit
length, F', on the particleis calculated by integrating 7., aong the line z = 0 (swopping
the order of integration of the dp/dx term):

Fle) = 2/000(Tzz)z:0 dx

) ap [e%] 82\1’
= 92 - —4 .
/0 T (ax)zzo dx 6/0 (3$32)Z:0 dzx (3.7.9

_ /000533(3;) (2x+e <§g(a¢) —f(x))) dx—4e/ooo%(b—xb’)dx

This expression can be rewritten as:

F(e)=Fy+e(Fy — F,)

where

622

o 3
Fy, = / ————dr = ~7v2 = 3.3322
o (1+32?) 4

o (112 \\10" 757 (5440 80

[eS) 1.2
R = / e L73%) 0o
0

(32

are numerical constants. In our simulations, we have erroneously used avalue of F'; =12.829,
which lead to about 1% overestimation of the [ubrication force. The lubrication force per
unit length in dimensional form, FIP! = pyv/ahF, follows from Equation 3.7.9 as:

—3/2 —3/2
FP = (g) nU F(h/a) = (Z) nU <F0+ %Fl) (3.7.10)

which expression is correct in first order of .
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Shear-induced diffusion is an important transport mechanism in concentrated suspen-
sions in shear flow, and is relatively well understood, but only for monodisperse suspen-
sions. Presently, not much attention is paid to shear-induced diffusion in polydisperse sus-
pensions, in spite of the widespread incidence of these suspensions. This paper adresses
shear-induced diffusion in bidisperse suspensions. Our study is carried out by means of
computer simulations on two-dimensional suspensions in a Couette system, following
the L attice Boltzmann method. Two aspects were found to be of particular importance,
namely particle clustering and the dominance of large particles. From the shear thick-
ening behaviour of the suspensions at non-zero Reynolds numbers, which is known to
be highly correlated with particle clustering, it became clear that particle clustering in-
creased with increasing relative fraction of large particles and with increasing size of the
large particles. This effect is explained with the fact that larger particles experience more
inertia. Thisis opposite to what happens in the Newtonian regime, where the viscosity of
bidisperse suspensions is aways lower than that of corresponding monodisperse suspen-
sions, Because particle clustering also induces an increase of shear-induced diffusivity,
the presence of large particles can amplify this increase.

The second aspect is the dominance of large particles over small particles. It is found
that when the relative area fraction of large particles exceeds 0.3, the shear-induced diffu-
sivity is totally determined by these large particles, in other words the small particles be-
have as’'slaveparticles’. In thissituation, their shear-induced diffusivity could be strongly
increased by the presence of the large particles. Below this relative fraction of 0.3, the
large particles did not have a specific effect on the small particles. The shear-induced
diffusivity of the large particles was much lower than expected for a monodisperse sus-
pension. When the relative fraction of large particles exceeded 0.3, the shear-induced
diffusivity of the large particles increased to a level that would be expected for the sus-
pension without the small particles. The results presented in this paper are relevant for
prediction of rheology and shear-induced mass transport in polydisperse suspensions.

4.1 Introduction

Shear-induced diffusion is a transport phenomenon that occurs in concentrated suspen-
sions under shear flow. It isimportant for various processes, such as sedimentation and
filtration, and for transport of suspensions, such as in pipes and channels. In a previous
paper [39], we addressed the topic of shear-induced self-diffusion in non-Brownian sus-
pensions at non-zero Reynolds numbers. These suspensions were monodisperse, as in
most other studies on shear-induced self-diffusion (see e.g. [27, 50]). Because in general,
industrially relevant suspensions are not monodisperse, but have a relatively broad par-
ticle size distribution, it is important to understand the effects of polydispersity. In this
paper we address shear-induced self-diffusion in suspensions containing particles with a
bimodal size distribution, hereafter shortly called bidisperse suspensions.

In concentrated suspensions undergoing shear flow, hydrodynamic particle interac-
tions are responsible for the shear-induced diffusion process. This leads to particle dis-
placements in the fluid velocity direction, as well as in the velocity gradient and in the
vorticity direction, but in an anisotropic way. Because the mechanism is different from
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that of Brownian diffusion (thermal fluctuations) and turbulent diffusion (inertial effects),
shear-induced diffusion becomesimportant at conditionsof high Péclet numbers, where it
dominates Brownian diffusion, and of low Reynolds numbers, where turbulent diffusion
is not yet strong. The Péclet number is defined as Pe = Sua®y/kT, where y; is the
dynamic viscosity of the fluid phase, a is the particle radius, + is the shear rate, k isthe
Boltzmann constant and 7" the absolute temperature. The relevant Reynolds number is
the shear based particle Reynolds number, which is defined as Regpear p = 470 /v, where
v isthe kinematic viscosity.

When adressing the topic of shear-induced diffusion, two types of behaviour need
to be distinguished. The first is shear-induced self-diffusion, which concerns the be-
haviour of suspended particles in a homogeneous suspension and reflects the mobility of
individual particles in such a suspension. The second is shear-induced migration, which
concerns collective particle migration processes and leads to macroscopically observable
effects such as viscous resuspension [64], particle size segregation [65] and net migration
of particles within inhomogeneous shear flows[15].

Only a few studies address the topic of shear-induced diffusion in non-monodisperse
suspensions. Moreover, the mgjority of these studies considers the effects of polydis-
persity in systems with non-homogeneous particle concentrations, where shear-induced
migration playsarole, likee.g. in pipe flow, systemswith curvature (parallel-plate geom-
etry, wide-gap Couette device) and systemswith particle sedimentation (see e.g. [65-68]).
As far as we know, up to now, the subject of shear-induced self-diffusion in bi- or poly-
disperse suspensions has not been addressed at all. Therefore, we first review the work
on shear-induced migration in non-monodisperse suspensions and afterwards consider
the effects of particle polydispersity in a wider prespective. The rheological behaviour
of particulate suspensionsis put forward to reveal some relevant aspects of flow of non-
monodi sperse suspensions.

Experimental studies on shear-induced migration in bidisperse suspensions mostly re-
port an overall suspension behaviour that is similar to monodisperse suspensions. In pipe
flow for example, as for monodisperse suspensions, high overall particle concentrations
were found in the centre of the channel, where the shear rate is lowest, in the presence
of blunted velocity profiles [68, 69]. Overal shear-induced diffusivities for bidisperse
suspensions are sometimes reported to be somewhat |ess than for the monodisperse sus-
pensions with the respective small and large particles[67]. While aforementioned studies
focused on well-mixed bidisperse suspensions, some other studies reported on the phe-
nomenon of shear-induced size segregation in bidisperse suspensions[68, 70]. In systems
with a spatially varying strain rate, as for example in pipe flow, particle size segregation
as well as non-uniform overall particle distributions can occur. When size segregation
occurs, the larger particles are mostly enriched in regions with lower shear rates. The
distribution of the smaller particles can aso be non-uniform, but this only seems to occur
at higher concentrations than for large particles. A notable exception on this behaviour
is reported by Krishnan and others [65], who measured particle segregation in a parallel
plate device. Tracer particles that were larger than the bulk particles, were found to mi-
grate to regions of higher stress instead of lower stress. This behaviour was explained in
terms of a curvature-induced migration flux.

Numerical work on shear-induced migration in polydisperse suspensionsis scarce. In
the field of analytical models however, some progress has been achieved. A phenomeno-
logical model for shear-induced migration, based on particle migration mechanisms pro-
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posed by Leighton and Acrivos [15], Phillips and others [16] and Krishnan and others
[65], was extended to a model for polydisperse suspensions by Shauly and others [71].
Thismodel was found to predict experimental data on shear-induced migration well, both
Size segregation and migration of large and small traces were recovered. Because the
model is based on dimensional and phenomenological considerations, while the explicit
forms of the effective properties are, as yet, unknown, succesful application of this model
depends on the available knowledge of these effective properties. As an example, the
effective viscosity of the suspensions under consideration should be known.

Numerous experimental as well as numerical work reports on the viscosity of bidis-
perse suspensions (see e.g. [72—75]). They al consider the viscosity in the region of low
shear rates (Reshear,p, < 1), Where the viscosity is independent of the shear rate (New-
tonian regime). Differences with the viscosity of monodisperse suspensions are found
when the total volume fraction exceeds a value of about 0.40. At these high fractions, the
viscosity of bidisperse suspensionsislower than of monodisperse suspensions. The mini-
mum viscosity isreached when the rel ative volume fraction of small particlesisabout 0.25
to 0.35[74, 76]. Probstein and co-workers [75] proposed an approach for the viscosity
of bidisperse suspensions, in which the maximum packing concentration for a bidisperse
sSuspension ¢, iscalculated in relation to the maximum packing fraction for amonodis-
perse suspension ¢, .xo-

3 (5)°(2)

where b = (a; — as) / (a1 + a2), a; and ¢, are the radius and the local concentration of
species 1 and a, and ¢, are the radius and the local concentration of species 2 (a; > as).
Chang and Powell [72] found that when the relative viscosity of bidisperse suspensions
isrelated to the volume fraction after normalisation with the maximum packing fraction,
one mastercurve is obtained, that accurately describes experimental as well as numerical
viscosities for three-dimensional (3D) as well as two-dimensional (2D) suspensions. The
reduction of viscosity compared to monodisperse suspensionsis explained by the authors
with differences in microstructure of the suspensions. As already put forward by Bossis
and Brady [77] for monodisperse suspensions, high viscosities have been related to the
formation of particle clusters in the suspensions. Bidisperse suspensions are thought to
have smaller average clusters at a fixed total volume fraction, due to the presence of
smaller particles. This effect of bidispersity on particle clustering might be relevant for
shear-induced diffusion aswell, because we already noticed before that particle clustering
strongly affects shear-induced diffusion for monodisperse suspensions[39].

The aim of the present work was to study shear-induced self-diffusion in bidisperse
suspensions. In order to do this, we applied the same numerical technique asin our pre-
vious study [39], namely the Lattice Boltzmann (LB) method for particul ate suspensions,
originally developed by Ladd [29, 30]. In another study [78], we have noticed that 3D
LB simulations on shear-induced self-diffusion are computationally very intensive. Since
it is also shown that ssimple scaling relations suffice for the transposal of 2D simulation
resultsinto datafor 3D real systems|[78], this study comprisesa 2D study. In contrast to
the often applied Stokesian dynamics method, the LB method is not only suited for the
Stokes flow regime, but also for higher Reynolds number flows. Because of the practical
interest of higher Reynolds number flows and the lack of knowledge on the rheological

¢max

¢max0
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behaviour of bidisperse suspensionsat these higher Reynolds numbers, thefirst part of our
work is devoted to these effects. The second part focuses on shear-induced self-diffusion
of bidisperse suspensions and the observed behaviour is related to the rheological be-
haviour. Finally, we draw conclusions about the effect of Reynolds number and particle
interactions on shear-induced self-diffusion in bidisperse suspensions.

4.2 Computer ssimulation method

The LB method has already extensively been explained in literature (see e.g. [34]). Here,
we will only briefly recapitulate some general information about the LB method so that
the emphasisis more on specific aspects of our own model.

The LB method models a compressible fluid (in which the speed of sound is finite)
in the limit of low Mach number (M a=flow velocity/speed of sound), by solving the dis-
cretised Boltzmann equation for fictitious fluid particles, that are constrained to move on
a lattice. The state of the fluid is characterised by the single-particle distribution func-
tion f;(x, t), describing the average number of particles at a particular node of the lattice
x, a atime t, with the discrete velocity c;, which brings the fluid particles in one time
step to an adjacent lattice node. In the simulations described in this paper, the fluid dy-
namics were solved with a D2Q9 LB scheme, which is defined on a 2D sguare lattice
with rest particles and 8 non-zero particle velocities. The velocity directions link lattice
sites to its nearest and next-nearest neighbours. The hydrodynamic field's mass density
p, momentum density j, and the momentum flux density 1T are moments of this velocity
distribution:

p= Zfi, j= ZfiCh II= Z ficic; (4.2)

The fictitious fluid particles evolve by collisions and subsequent propagation to neigh-
bouring lattice sites. In a collision step, the distribution function is relaxed towards the
local equilibrium distribution according to:

fi(xv t) B fieq(x> t)

fi(x + Ax;, t + At) = fi(x,t) — -

(4.3)

Therelaxation time 7 controlsthe rel axation of the viscous stressin the fluid and islinked
to the kinematic viscosity v via

V= cz (7’ — %) At (4.4)

where the speed of sound c; is defined by ¢ = ¢?/3. In our simulations we applied
7 = 1.0 (in lattice units), which corresponds to a kinematic viscosity v of the fluid of 1/6
(in lattice units). The equilibrium distribution f;(x, t) is chosen such that the Navier-
Stokes equations for aweakly compressible system are obtained [37].

Inthe LB schemefor particul ate suspensions as developed by Ladd [29], the solid par-
ticlesare defined by aboundary surface, which can be of any size or shape. The spherical
(3D) or circular (2D) particles are projected on the lattice, where the boundary surface
cuts some of the links between lattice nodes. Fluid particles moving along the boundary
surface interact with the surface at boundary nodes that are located at the lattice nodes
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nearest to the boundary surface of the solid particles, following an alternative method
to Ladd’s, that was developed by Behrend [38]. In this method, called relaxed bounce
back conditions at the nodes, the LB collisions are carried out at every node, including
the boundary nodes. The collision rules at the boundary surface enforce a stick boundary
condition on the fluid, which means that the fluid velocity is matched to the local solid-
body velocity u,. Thisloca solid-body velocity u, (at position x;) is determined by the
solid-particle velocity U, itsangular velocity €2 and the position of its center of mass R.:

ub:U+Q><(xb—R) (45)

After the collision phase, the boundary nodes are updated in the following way:

filx +Ax, t+At) = fLi(x,t) + 2@? W - G (4.6)
fix—Axit 4 A = flixt) — P, 47)
C

S

For moving suspension particles, in this update, momentum is exchanged between the
incoming particles from the fluid and the solid side (the combined momentum of the fluid
and the solid phase is however conserved). From this momentum exchange the force and
torque exerted on asuspension particleis calculated. Hereafter the kinematic properties of
the suspension particles themselves are updated with a ssmple Euler forward integration
of Newton'’s second law.

By the projection of the suspended particles on the | attice, a discrete representation of
the surface is obtained, which becomes more and more precise as the surface curvature
gets smaller and which is exact for surfaces parallel to lattice planes. Together with the
choice of thelocation of the boundary nodes and the boundary update rules, the discretisa-
tion of the particle surface onto the lattice induces a hydrodynamic particle diameter that
isslightly larger than the diameter based on the number of occupied lattice nodes [29]. It
istherefore often proposed that the particle diameter should be corrected for this hydrody-
namic effect. The magnitude of the correction is mostly based on the particle behaviour in
the Stokes flow regime and at low particle concentrations. As also presented in an earlier
paper [39], we have seen that in suspensions in shear flow, particles can approach each
other very close, such that particles would largely overlap when the hydrodynamic par-
ticle size would be taken into account. The closest approach distance is moreover found
to be dependent on conditions such as the particle concentration and the shear rate. Since
assessment of the hydrodynamic particle diameter in these systemsis virtually impossi-
ble, while the corrections would probably be very small, we did not apply this correction
but used the input particle diameter in our calculations.

Since a suspended particle is essentially simulated by the introduction of a boundary
surface, separating the interior of the particle from the exterior, the interior of the particle
also consists of fluid. Ladd [30] examined the effects of the interior fluid on the behaviour
of the particle. With asufficiently high effective mass of the particle, theinterior fluid only
contributes an inertial force due to the extramass of the particle. Our computations were
carried out in thisregime, with an effective mass p, / p of 10. The magnitude of theinertial
effectsin our computations was limited because Regpear,, Was relatively small. Moreovey,
by comparing ssimulation results with an effective mass of 3 and 10, we found that the
relatively high effective particle mass did not contribute to the observed effects on the
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viscosity and shear-induced diffusion in this paper. The observed effects of changing Re
therefore seem to be caused by fluid inertia effects and not by the inertia of the particles.

Since shear-induced diffusion is mainly governed by hydrodynamic particle interac-
tions, these interactions need to be accurately resolved in the computations. When two
suspension particles come into close contact with each other, the lubrication force be-
comes important. This force is caused by the attenuation of the fluid film in the gap
between the two particles and is repulsive upon approach and attractive upon separation
of the particles. When the gap width between two particlesis in the order of one lattice
spacing, the lubrication force is however not exactly resolved with the LB method. This
is due to the discretisation of the particles and fluid on a grid and is a problem that is
encountered by all numerical methods. To overcome this problem we applied an explicit
calculation of the lubrication force when the gap width was smaller than two lattice units
(= 0.25a). Since we considered a 2D system, we used the following equation for the
lubrication force per unit length £, which is valid for the lubrication force between two
cylinders[39]:

3 3
1 N a; + as \ 2 h a + as \ ?
F= 577U12.R12 (( : . 2) (Fo+ Fy) — ( - 2)

a1 + as he
(Fo + he Fi), h < he
ay + ag
(4.8)
F=0,h>h

where Uy, = U; — Uy, h = |Rya| — (a1 + ag) isthe gap (distance between the particle
surfaces), Fy isthenumerical constant % 7+v/2 = 3.3322 and F isthefirst order correction
for the lubrication limit 4 /2a << 1 with avalue of % - -4/2 = 12.829. The unit vector
TRi; = Ry2/ |Ri2|. Inaccordance with Ladd and Verberg [33], we applied a correction
on the lubrication force to account for the lubrication force that is already resolved in the
computations of the fluid dynamics. This was done by subtracting the lubrication force
at a cut-off distance h. from the total lubrication force, as indicated in Eq. 4.8. The
cut-off distance h. represents the cut-off distance between the particle surfaces for the
added |ubrication force and was chosen equal to two lattice units (= 0.25a) in our study.
For 3D systems, Nguyen and Ladd [40] showed that this correction leads to more accurate
resultsfor particle interactions at short interparticle distances, even with neutrally buoyant
particles very near to contact and without causing instabilitiesin the particle dynamics.

We have noticed, that in suspensions with relatively high particle fractions or at high
particle Reynolds number, particle clustering and overlap can occur, which greatly affects
the diffusive behaviour of the particles. This behaviour seems to be correlated with the
lubrication breakdown of concentrated colloids, that was reported by Ball and Melrose
[41]. As suggested by these authors, we applied a Hookean spring force between the
particles to avoid this clustering and overlap. This Hookean spring force was applied for
gaps h smaller than a thickness § and was applied in the direction of the line of particle
centres, according to:

F,=F,— (%) h (4.9)

with a maximal Hookean spring force F|, of 10.0 (in lattice units). The Hookean spring
force is active in a layer around the particle with a thickness ¢/2 of 0.05 lattice units
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(= 0.00625a). When using the LB model as described above, we found a good agree-
ment between our computer simulation results for the viscosity and model results of the
Krieger-Dougherty model (particle fractions between 0.05 to 0.55), which isknown to de-
scribe experimental datawell. Especidly at high particle fractions, the viscosity is known
to be highly dependent on particle interactions. The good agreement with the Krieger-
Dougherty model therefore indicates that our model captures the particle behaviour well.

For reasons of clarity, we chose to denote the suspended cylinders as particles, al-
though our system actually consists of a 2D suspension. The simulation results are pre-
sented in dimensionless parameters to make interpretation easier. Unless otherwise stated,
length scales are normalised with respect to the particle radius of the smallest particlein
the system (=8.0 lattice units).

4.3 Rheology and microstructure of bidisperse particle
suspensions at non-zero Reynolds numbers

In our previous paper [39], we showed that the shear-induced diffusive behaviour of the
suspended particlesis affected by particle clustering, which was found to be increasingly
relevant with increasing Reghear - The Vviscosity of hydrodynamically interacting hard
sphere suspensions is known to be affected by particle clustering, which coincides with
a shear thickening behaviour of the suspension [68]. This was confirmed in our previous
paper as well. To obtain a better understanding of shear-induced diffusion in bidisperse
suspensions, it is therefore relevant to analyse rheology and microstructuring phenomena
in these suspensions. In addition to particle clustering, bidisperse suspensions can aso
exhibit particle size segregation, which may al so affect shear-induced diffusion. Although
the velocity profile is in principle linear in our Couette system, we have noticed that
the presence of the walls can induce nonlinearity, especially at high particle fractions.
Herewith, the shear rate can spatially vary and this might invoke particle size segregation,
inasimilar way as for pressure-driven flow [68, 70].

In order to analyse the rheology and microstructure of bidisperse suspensions, we car-
ried out computer simulations on 2D suspensionsin Couette flow. The distance between
the two moving walls was 64.75a and the distance between the two periodic boundaries
32.375a. The simulation box was filled with a varying number of suspension particles, up
to a maximum of 375. The radius of the smallest particle a in the bidisperse suspension
was always equal to 8.0 lattice units, while the radius of the largest particle depended on
the sizeratio. Shear flow was created by moving the walls with constant vel ocity in oppo-
site directions. Thisresulted in Regpearp Varying between 0.003 and 0.66. In this paper,
the viscosity is normalised for the viscosity according to the Krieger-Dougherty model
[46], which holds for a monodisperse suspension in the Newtonian regime:

B - <¢b> )—[n]¢mx
Ny = (1 — (4.10)

where (¢;) isthe averaged particle fraction and ¢,,,., the maximum packing fraction, has
avalue of 0.82 for a 2D suspension. The dimensionless factor [r] is theintrinsic relative
viscosity of the suspension and has a value of 2 for a 2D suspension. By means of this
normalisation procedure, it can easily be seen when the actual viscosity deviates from
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Figure 4.1: Simulation results for the viscosity of a 2D bidisperse suspension (¢ o1 =0.40,

Alarge/ Asmall =3) & a function of the relative fraction of large particles garge/brotal @ a
Reghear,p (calculated for the smallest particles) of 0.012. The viscosity is normalised for
the viscosity according to the Krieger-Dougherty model. The error bars indicate the stan-
dard deviation. The line without symbols represents model calculations for the viscosity in
the Newtonian regime, according to Eq. 4.1 [75]. The inset presents similar results but for
large/ Asmall =2 @nd 4. The lines connecting the data points are drawn to guide the eye.

the viscosity that is predicted for a monodisperse suspension in the Newtonian regime
(n #1).

The viscosity of a bidisperse suspension was determined as a function of the relative
fraction of large particles for a diameter ratio of large to small particles of 2, 3 and 4
(Figure 4.1). In contrast to the results of Chang and Powell [72, 73], the viscosity was
not always lower than that of the respective monodisperse suspensions. This can be ex-
plained with the shear thickening behaviour of the suspension. For the large particlesin
the suspension, Regpear,, 1STrespectively 4, 9 or 16 times higher than for the small particles
at a certain shear rate, because of the proportionality of Regear, t0 a. It can therefore
be expected that the large particles exhibit more intense shear thickening and this prob-
ably causes the increase of viscosity with increasing fraction of large particles. In spite
of this effect however, at first the viscosity remains relatively stable at low fractions of
large particles, whereas it increases faster at relative fractions exceeding 0.5 — 0.6. This
behaviour might be related to microstructuring phenomena in the bidisperse systems, as
also occursin the Newtonian flow regime. No clear minimum is observed in the viscosity
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Figure 4.2: Viscosity dependence of 2D bidisperse suspensions (¢iota1=0.40,

Alarge/ Gsmall =3) ON Regnearp (Calculated for the smallest particles) as compared to a
monodisperse suspension. The viscosity is normalised for the viscosity according to the
Krieger-Dougherty model. The symbols on the Y-axis represent model calculations for the
viscosity in the Newtonian regime, according to Eq. 4.1 [75]. The error bars indicate the
standard deviation and lines are drawn as a guide to the eye.

for diameter ratios of 2 and 3, which might be due to the dominance of the shear thick-
ening behaviour of the large particles. The total area fraction of particles of 0.40 is still
quite low as well, so that the decrease of viscosity compared to monodisperse suspen-
sions (in the Newtonian regime) is small, less than 10%, as becomes clear from the model
calculcations in Figure 4.1. Thisis different for the suspension with a diameter ratio of
4. Although the effective viscosity does not become smaller than 1.0, a clear minimum
is present at arelative fraction of 0.5 — 0.6. This seems to be a combined effect of 1) an
intense shear thickening due to the large size of the largest particles and 2) intense mi-
crostructuring phenomena leading to a pronounced viscosity minimum, as predicted by
Eqg. 4.1 [75]. These results show that the viscosity of bidisperse suspensions can be af-
fected by shear thickening, leading to higher viscosities with increasing fractions of large
particles, which isin contrast to the Newtonian regime where the viscosity of bidisperse
suspensionsis|ower than for monodisperse suspensions. The Re gpear,, fOr thelargest par-
ticlesin the suspension probably determines whether an effect of shear thickening will be
present.

The shear thickening behaviour of bidisperse suspensions is investigated in more de-
tail by examining the effect of Regpear, ON the viscosity (Figure 4.2). The increase of
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Figure 4.3: Snapshots of the particle configuration (2D bidisperse suspensions, ¢ .1 =0.40,

Alarge/ Asmall =3, Plarge/ Protal =0.34) @t @ Regnear p (Calculated for the smallest particles) of
0.023 (left), 0.046 (middle) and 0.16 (right).

viscosity with the Regpear,, Was slightly dependent on the relative fraction of large parti-
cles. At arelative fraction of large particles of 0.672, the onset of shear thickening was at
alower Regpear,p, Which resulted in a higher viscosity. From a Regpear , Of abdout 0.1 up-
ward, the viscositieswere of the same order of magnitude again, due to the faster increase
of viscosity of the other two suspensions with less large particles. The effects of shear
on bidisperse suspensions do not differ fundamentally from the effects on monodisperse
suspensions as presented in [39]. This can also be seen in Figure 4.3, where snapshots
of the particle configurations are shown. At higher Regpear ,, the particle clustering was
more intense, in a comparable way as has been seen in monodisperse suspensions [39].
Thisfigure also demonstrates that there was no important particle segregation of large and
small particlesin the system. In that respect, this figure can be considered illustrative for
the other simulation results, where no particle segregation is found as well.

4.4 Shear-induced self-diffusion in bidisper se suspensions

Shear-induced self-diffusivity reflects the mobility of individual particlesin a suspension
under shear flow and can be determined from the individual diffusive particle displace-
ments. Shear-induced diffusionis a so-called long-time diffusive behaviour, which shows
stochastic behaviour after alonger time. The reason for this behaviour is that the motion
of agiven particleisin principle purely deterministic and dependent on the external ve-
locity field and itsinteractions with all other particlesin the system. Only when theinitial
particle configuration has drastically changed, do the particle displacements become ran-
dom, due to the complex nature of the hydrodynamics. Thislong-time diffusive effect is
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reflected in the definition of shear-induced self-diffusivity:

D, = lim %% (x(t)x(1)) (4.12)
D, denotesthe shear-induced self-diffusivity tensor. The angle brackets denote an average
over al particles in the system, while x denotes the displacement of a single particle.
The long-time diffusive character of shear-induced self-diffusion is aso clear from the
relation between mean square displacement of particles in a monodisperse suspension
and the strain ¢, as presented in our previous paper [39]. Thisrelation exhibited alinear
dependence, indicating that the behaviour has become stochastic, only after a strain 4t of
about 8.

Asisusual, we normalised all reported shear-induced diffusivities on a?. The shear
rate < and the particle radius a are relevant time and length scalesin the system, so that af-
ter normalising, a dimensionless parameter is obtained that isindependent from the actual
velocities. In a2D system, we distinguish components of the shear-induced self-diffusion
tensor in the fluid velocity and in the velocity gradient direction and their diagonal com-
ponent. The displacements in the velocity gradient direction are purely determined by
the hydrodynamic interactions between the particles, whereas the displacements in the
fluid velocity direction are mainly determined by the convective flow. In our system, the
convective particle displacements are hard to assess with sufficient accuracy because of
the time-dependent velocity fluctuations in the system and the characteristic shear flow
pattern, which slightly deviates from perfectly linear. Because the component in the ve-
locity gradient direction is most relevant for many practical situations, we have limited
ourselves to the analysis of this latter component of the shear-induced diffusion tensor.
Our system consists of a Couette system, with periodic boundaries in the flow direction
and two moving wallsin the velocity gradient direction. The distance between the bound-
aries was chosen such, that the obtained diffusion coefficients correspond with diffusion
in an infinitely large system [39]. The distance between the two moving walls was twice
as large as between the periodic boundaries. The simulation box contained a number
of 200 or 150 particles, respectively with one size (monodisperse) or two different sizes
(bidisperse). The simulation runs were started with a random particle distribution and
position-dependent fluid and particle velocities according to linear shear flow.

The diffusion coefficient was determined from the regression coefficient in the linear
part of the ssmulation curve of the mean square displacement versus the strain. In order
to evaluate the effect of the initial particle configuration on the diffusion coefficient, we
split the simulation curve of one simulation run into several curves with a strain span of
30, which start at different times and consequently at different initial positions. The final
diffusion coefficient is the mean value of the diffusion coefficients that are obtained from
these individual curves, mostly from two different simulation runs.

In Figure 4.4, we present the dependence of the shear-induced diffusivity on Regpear
for the smallest particles in a bidisperse suspension with a relative fraction large parti-
cles of 0.34. The increase of shear-induced diffusivity with increased Regyear , 1S prob-
ably caused by a stronger particle clustering, as can be observed visualy in Figure 4.3.
This effect of particle clustering may be the underlying cause of the effect on viscos-
ity as well (see previous section). When comparing the bidisperse suspension with the
monodisperse, it becomes evident that the shear-induced diffusivity is not only higher
for a bidisperse suspension than for a monodisperse suspension, but also that the bidis-
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Figure 4.4: Component Dy, of the shear-induced self-diffusion coefficient of the small par-
ticles in a 2D bidisperse suspension (ajarge / dsman=3, Niota1 =150) as compared to monodis-
perse suspensions (N1 =200) in shear flow as a function of Regear,p, (Calculated for the
small particles) at atotal particle area fraction ¢.:.1 = 0.40. Error bars indicate the standard
deviation. Lines are drawn to guide the eye.

perse suspension shows a larger increase with increasing Regpear,p- BoOth resultsindicate a
more intense particle clustering and are probably due to the higher susceptibility of large
particlesto particle clustering.

We continue with results on shear-induced diffusivity at Reghear ,=0.023. It is clear
from Figure 4.4 that the difference in shear-induced diffusivity between the monodisperse
suspension and the bidisperse suspension at this Regear , 1S relatively small, while the
intensity of particle clustering isrelatively low. This regime was therefore considered to
be suitable for the analysis of interactions between large and small particles.

In order to investigate the volume fraction dependence of the shear-induced diffusivity
for bidisperse suspensions, simulationswere carried out with bidisperse suspensionswith
a diameter ratio of large to small particles of 3. In Figure 4.5, D,, is presented for the
smallest particlesin the system. From thisfigure, it isclear that the diffusivity of particles
in a bidisperse suspension is dependent on the composition. At arelative area fraction of
large particles of 0.34, the diffusion coefficients were already dlightly higher than for a
monodi sperse suspension with the same total area fraction of particles. At higher relative
areafractions, the increase was even larger.

In Figure 4.6, the data for the large particles in the bidisperse suspension are shown.
The results clearly show that in this case, the diffusivity was much lower than expected



82 CHAPTER 4

0.3 T
i
® Monodisperse Ly
4 Bidisperse; djargelbiota=0-34 7
o & Bidisperse; djarge/tiota=0 52 )
= ro
g 02 l;" ‘
5 ; -
5 il | i
bt [/~ |7 b
£ i = I |
et /i' T LY
o | P R o L] I |
= s G | __.1- &
I:::E 1 1 - .-": .-'l.'i- -; m i I |
T il =
J-E5 47
s Tl ©
~— =1 _—1'8
. -- ..
0.0 .
00 0.1 0.2 03 0.4 0.5
Potal

Figure 4.5 Component Dy, of the shear-induced self-diffusion coefficient of the small par-
ticles in a 2D bidisperse suspension (aarge / asmail =3, Niota1 =150 (bidisperse suspensions)
or 200 (monodisperse suspensions)) as a function of the total particle area fraction ¢u1 in
shear flow at a Regpear,, Of 0.023 (calculated for the small particles). Error bars indicate the
standard deviation. Lines are drawn to guide the eye.

for amonodisperse suspension. It is evident that the diffusivity of the small aswell asthe
large particles is not only the result of the total particle fraction in the system, but aso
of the particle size distibution. The presence of large particlesis found to have a positive
effect on the diffusivity of small particles, whereas small particles have a reverse effect
on large particles.

We compared the (non-normalised) diffusivity of the small particles to the expected
diffusivity of the large particles when these large particles are present in a monodisperse
suspension with the same area fraction as that of large particles in the bidisperse sus-
pension. Figure 4.7 shows that the diffusivity of the small particles in the bidisperse
suspensionsis practically the same as the expected diffusivity of the large particles. This
strongly suggests that the small particles behave as 'slave particles in the suspension,
whose mobility is completely determined by the presence of the large particlesin the sys-
tem. For the large particles, this would mean that their diffusivity is unaffected by the
presence of the small particles and that their diffusivity isthe same as for a monodisperse
suspension with the large particles solely. From Figure 4.8, it can be seen that this was
indeed the case in the bidisperse suspensions. Also when ¢, > 0.2, the small and the
large particles are expected to behave as 'slave’ and 'master particles respectively, thus
following the curves of the monodisperse large particlesin 4.7 and 4.8.
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Figure 4.6. Component D,,, of the shear-induced self-diffusion coefficient of the large par-
ticles in a 2D bidisperse suspension (aarge / asmail =3, Niota1 =150 (bidisperse suspensions)
or 200 (monodisperse suspensions)) as a function of the total particle area fraction ¢u1 in
shear flow at a Regpear,, Of 0.023 (calculated for the small particles). Error bars indicate the
standard deviation.

In Figure 4.5, the shear-induced diffusion coefficients of the small particles in the
bidisperse suspensions were all higher than for the monodisperse case. We can however
expect that there will only be an increase when the large particles in the bidisperse sus-
pensions are present in a sufficient amount and/or with a sufficient diameter ratio. We
investigated this for bidisperse suspensions with atotal particle area fraction of 0.40, but
with varying diameter ratio and relative area fraction of large particles. The results in
Figure 4.9 show that the diffusivity of the small particlesisindeed related to the diameter
ratio. At afixed relative amount of large particles, the diffusivity increases with the diam-
eter ratio. Thisincrease with the diameter ratio was steeper when the relative amount of
large particleswas higher. Theincrease starts at acertain onset point, indicating that when
the diameter ratio and the relative amount of large particles are not sufficiently high, the
diffusivity of the small particlesis not affected compared to the monodisperse case. This
onset value is mostly determined by the relative fraction of large particles and to a much
lower extent to the diameter ratio. After putting the relative fraction of large particles on
the X-axis (Figure 4.10), for ¢jarge/ Protar < 0.6 amastercurve is obtained from which can
be seen that the diffusivity starts to increase at a relative area fraction of large particles
of about 0.3. At relatively high amounts of large particles, e.g. with 26.7 number% of
large particles (Figure 4.10), the diffusivities seem to level off, so that the diffusivity of
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Figure 4.7: The non-normalised diffusivity (in lattice dimensions) of the small particles in
a bidisperse suspension (ajarge / Asman =3, Niota1 =150) in relation to the fraction of large par-
ticles grarge @ @ Reghear,p Of 0.023 (calculated for the small particles), as compared to the
non-normalised diffusivity of large particles in a monodisperse suspension. Error bars indi-
cate the standard deviation.

the small particles is smaller than expected. Although we did not explore this regime in
more detail, we think that this might be due to the effect of the relatively limited box size
for the large particles. Sierou and Brady [27] have shown earlier that a limited box size
can lead to adecrease of the diffusivity.

It is of importance to interpret the reason why the onset value is at a fraction of large
particles of 0.3. For a monodisperse suspension, D, /ya? is dependent on ¢. It can be
debated that the onset point is determined by the situation in which the diffusivity of
the larger particles starts to become larger than the diffusivity of a monodisperse suspen-
sion with ¢t = 0.4. In Figure 4.5, it can be seen that the latter diffusivity is equal to
0.11, corresponding with a non-normalised diffusivity of 0.00011 (in lattice dimensions,
at Reghear, ,=0.023). For particle size ratios of 2, 3 and 4, the larger particles obtain this
non-normalised diffusivity at a fraction ¢ of respectively 0.21, 0.12 and 0.06. These val-
ues are smaller than found for the onset point, which indicates that the contribution of the
small particlesthemselvesto the diffusivity cannot be neglected at thisonset point. There-
fore, this phenomenon does not seem to completely explain the value of the onset-point.
Another related phenomenon is the area surrounding a large particle that is significantly
influenced by the presence of thislarge particle. At arelative fraction of large particles of
0.3, the fraction ¢, Was 0.12. From 2D simulations on the rotation of a single particle
in the vicinity of awall and on the interaction between two particlesin shear flow [39], it
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Figure 4.8: The non-normalised diffusivity (in lattice dimensions) of the large particles in
a bidisperse suspension (ajarge / Asman =3, Niota1 =150) in relation to the fraction of large par-
ticles grarge @ @ Reghear,p Of 0.023 (calculated for the small particles), as compared to the
non-normalised diffusivity of large particles in a monodisperse suspension. Error bars indi-
cate the standard deviation.

can be estimated that such a particle affects the fluid flow in an influence area, which we
assume to be of circular shape, with aradius of about 3a. Thisindicatesthat the influence
area measures a fraction of 3% x 0.12 = 1.08, in other words, at this point the influence
of the large particles can be felt in the whole box. This estimation agrees well with the
actual onset point. Since it is known that Re only has a minor effect on the size of this
influence area, it can be anticipated that the onset value of 0.3 is not dependent on Re.

It would also be of interest to investigate the shear-induced diffusivity of the larger
particles in a bidisperse suspension with arelative area fraction of large particles smaller
than 0.3. It can be hypothesized that the large particles then would have a diffusivity that
is about (aiarge/ asmn)2 times as small as for a monodisperse suspension with the same
total particle fraction. At these conditions however, the amount of large particles in our
simulations was too low to be able to determine this diffusivity with sufficient statistical
reliability.

These results lead us to the conclusion that the shear-induced diffusivity of the small
particles in bidisperse suspensions with a total area fraction of 0.40 can be roughly di-
vided into two regimes: (1) when the relative area fraction of large particles is less than
0.3, the small particles move as in a monodisperse suspension with the same total particle
area fraction and no particular effect of the large particles can be seen, (2) when the rel-
ative area fraction of large particles however exceeds the value of 0.3, the small particles
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Figure 4.9: Component Dy, of the shear-induced self-diffusion coefficient of the small par-
ticles in a 2D bidisperse suspension (¢yota1=0.40,N; 1.1 =150 (bidisperse suspensions) or 200
(monodisperse suspensions)) as a function of the ratio of the particle radii qarge/asman in
shear flow at a Regpear,, Of 0.023 (calculated for the small particles) and for different number
frequencies of large particles. The number frequencies correspond with relative fractions of
large particles ¢rarge/ Protal ranging between 0.05-0.40 (1.3 number%s), 0.18-0.58 (5.3 num-
ber%s), 0.32-0.66 (10.7 number%) and 0.59-0.77 (26.7 number%). Error bars indicate the
standard deviation. Lines are drawn to guide the eye.

behave as’slave particles and obtain ahigher diffusivity, which istotally governed by the
diffusivity of the large particlesin the system. Shear-induced diffusivity is affected by the
particle size distribution, which is of importance for the relation between shear-induced
diffusivity in polydisperse suspensions and in monodisperse suspensions.

45 Conclusions

It is shown that bidisperse suspensions, in analogy with monodisperse suspensions, ex-
hibit shear thickening behaviour. The size and relative fraction of large particles highly
determine the degree of shear thickening at a certain shear rate. This can be explained
because the shear based particle Reynolds number Regpear ,, Which is a relevant param-
eter for shear thickening, has a quadratic dependence on the particle radius. Moreover,
the viscosity of the bidisperse suspensions was not always lower than for monodisperse
suspensions, asisthe case in the Newtonian regime, but increased with increasing relative
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Figure4.10: Component Dy, of the shear-induced self-diffusion coefficient of the small par-
ticles in a 2D bidisperse suspension (yoia1 =0.40, N1 =150 (bidisperse suspensions) or 200
(monodisperse suspensions), Giarge/asman=2, 3, 4 or 5) as a function of the fraction of large
particles ¢iaree in shear flow at a Reghear,, Of 0.023 (calculated for the small particles) and
for different number frequencies of large particles. The number frequencies correspond with
relative fractions of large particles darge / drotal ranging between 0.05-0.40 (1.3 number%o),
0.18-0.58 (5.3 number%), 0.32-0.66 (10.7 number%) and 0.59-0.77 (26.7 number%s). Error
bars indicate the standard deviation. The dashed line indicates the value of I3,, in amonodis-
perse suspension.

fraction of large particles. Thisincrease was not gradual, which can be caused by particle
structuring phenomenain the bidisperse suspensions.

Shear thickening behaviour in monodisperse suspensions is known to coincide with
particle clustering and an increase of shear-induced diffusivity. In bidisperse suspensions,
we have also found an increase of shear-induced diffusivity with increasing Regpear,p-
The rheology as well as the shear-induced diffusivity of bidisperse suspensionsis largely
determined by the larger particlesin the suspension. Theinfluence of thelarger particle on
thefluid flow field can not only lead to increased particle clustering and shear thickening,
but also to an increased diffusivity of the smaller particles.

In bidisperse suspensions, the small and large particles exhibited a different (nor-
malised) shear-induced diffusivity Dy, /7a*. Whereasthe diffusivity of the small particles
increased compared to the monodisperse situation, the diffusivity of the large particles
declined. The non-normalised shear-induced diffusivity D, was however similar for the
small and large particles, indicating an equal absolute mobility, which was predominantly
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determined by the relative fraction of large particles in the system. The predominance of
the large particles became evident when the relative fraction of large particles exceeded a
value of about 0.3, independent of the size ratio of the particles. In that case, the shear-
induced diffusivity of both the small and the large particles are dependent on ¢, Sol€ly.
Or in other words, the small particles can be seen as’slave particles that are totally ruled
by the large ' master particles . Below the onset value of 0.3, the shear-induced diffusivity
Dy /4a* of the small particles was similar to that of equal-sized particlesin a monodis-
perse suspension with the same total particle fraction.

In this study, it is shown how shear-induced diffusivity is affected by the particle
size distribution, leading to a better understanding of the relation between shear-induced
diffusivity in polydisperse suspensions and in monodi sperse suspensions.
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A detailed study on concentration polarisation during microfiltration (MF) was carried
out in order to improve control on cake layer formation. Concentration polarisation is re-
duced by several back-transport mechanisms, however, for particles in the size range 0.5-
30 um shear-induced diffusion is the predominant one. Shear-induced diffusion is caused
by the hydrodynamic interactions between particles in shear flow, which are strongly de-
pendent on the particle size. Because of this, the polydispersity of suspensionsis expected
to have a large effect on cake layer formation. Although this aspect will be of consider-
able practical relevance, it has only received minor attention in literature. In this work,
the effect of particle size distribution on MF was investigated by studying the steady-state
flux of bidisperse suspensions with a ratio of particle radii of 3. The flux appeared to be
completely determined by the smaller particles; it remained almost constant between a
volume fraction of 0.2 and 1 of small particles. This trend in the steady-state flux was
in good agreement with calculations based on a shear-induced particle migration model
for polydisperse suspensions. Since polydispersity isacommon property of suspensions,
the present work may contribute to optimisation of flux and selectivity in MF processes,
which depend largely on adequate control of cake layer formation. This can be achieved
by implementation of the developed model in process control routines.

5.1 Introduction

Crossflow microfiltration (MF) is awell-known technique for the separation of micropar-
ticles, emulsion droplets and micro-organisms from fluids, with many (potential) indus-
trial applications in food and bioprocess engineering [79]. In these processes, concen-
tration polarisation mostly leads to the formation of a cake layer at the membrane sur-
face, which has a large negative effect on flux and selectivity. Therefore, concentration
polarisation can be considered a key factor in the control of MF processes. Concentra-
tion polarisation is governed by two simultaneous processes. (1) convective transport of
particles towards the membrane along with the permeate flow and (2) back-transport of
particles from the concentrated layer into the bulk phase. In case of an excess particle
flux towards the membrane, a cake layer builds up. When convective transport balances
back-transport, the situation can be considered a steady-state. In this situation only minor
variations in cake layer resistance and flux are expected. Shear-induced diffusion can be
considered the predominant back-transport mechanism during MF of suspensions with
particles in the range of 0.5-30 xm [10]. This mechanism comprises the diffusive move-
ments of particles in a shear field that are caused by hydrodynamic interactions. In the
presence of a concentration or shear rate gradient, shear-induced diffusion leads to a net
migration of particles in the direction of a lower concentration or shear rate, therewith
effectively reducing concentration polarisation. Using the fundamental knowledge about
shear-induced diffusion, the MF behaviour of monodisperse suspensions can, in general
be predicted well. However, practically relevant suspensions are seldom monodisperse.
Polydispersity, that isknown to influence permesate flux and flow resistance of cake layers,
seems to be the rule. Incorporation of effects of polydispersity in shear-induced diffusion
models for MF would therefore be an important step toward a better control of concen-
tration polarisation during MF of practically relevant suspensions. In this article, we
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present our research conducted on the effects of polydispersity on concentration polarisa-
tion during MF. We investigated the effect of the particle size distribution of a bidisperse
suspension on the steady-state flux and compared our results with predictions obtained
with a particle migration model for polydisperse suspensions|[71].

5.2 Shear-induced migration model for polydisper se sus-
pensions

For the quantitative description of shear-induced diffusion, most MF models use the re-
search of Eckstein and co-workers [14] and Leighton and Acrivos [15, 80]. The research
of these authors was directed at self-diffusion of monodisperse particles in a suspen-
sion under shear. A frequently applied equation for shear-induced diffusion, reported
by Leighton and Acrivos, is

D, = 0.335a¢” (1 + 0.5e>%%) (5.1)
All symbols are explained in the nomenclature list. For the steady-state permeate flux,
Davis and Sherwood [81] derived the following equation, using an exact similarity solu-
tion with shear-induced diffusion as the dominant mechanism for particle back-transport

B ' ¢Wa4 1/3

Shear-induced self-diffusion of particles in polydisperse suspensions has to our knowl-
edge not been reported. Phillipsand co-workers[16] proposed a phenomenol ogical model
for shear-induced particle migration. The model is based on particle migration potentials.
Migration isinduced by two mechanisms, a nonuniform frequency of particle interactions
inashear field and anonuniform viscosity field. Shauly and co-workers[71] extended this
model to polydisperse suspensionswith various particle sizes. For the system investigated
here, the total flux of particles of species: can be described with

Ji = —kyaa;0; [V In (Y¢;) + gv In ot (53

The term outside the brackets equals the shear-induced diffusion coefficient for the ith
particle. The migration potential in the shear-induced particle migration model consists
of an interaction and a viscosity term. For the viscosity of monodisperse suspensions,
Krieger [46] found:

where m = 1.82 and the maximum packing density for a monodisperse suspension (¢ ,,0)
isassumed to be 0.68. This expression was extended by Probstein and co-workers [75] to
describe the effective viscosity of a bidisperse suspension. In the approach of Probstein
and co-workers the maximum packing density is not taken as a constant but is cal culated
as afunction of the specieslocal concentrations ¢, and ¢, asis shown in Equation 5.5:

bm 3 a2 (01 (09
=g (3) (5)] 9

withb = ((11 — (lg)/(&l + CLQ).

(5.2)

¢m0
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Figure5.1: Electron microscope photo of a microsieve.

5.3 Materialsand methods

Microfiltration (MF) experiments were performed with microsieves, MF membranes that
are fabricated with silicon micromachining technology. This technology allows the con-
struction of smooth, thin membranes with very well defined pores. The membrane re-
sistance of microsievesis typically 100 to 1000-fold smaller than for conventional mem-
branes. The microsieves we used had a membrane surface area of 30.2 mm? and dlit-
shaped pores with a length and width of 3 and 0.7 um respectively. The thickness of
the membrane was only 1 ym. A SEM-photo is given in Figure 5.1. The feed for
MF consisted of suspensions of polystyrene spherical particles (surfactant-free, sulfate
polystyrene, Interfacial Dynamics Corporation, USA) in a neutrally buoyant mixture of
demineralized water and glycerol (density 1.055 g/ml at 293 K). The experiments were
carried out in a parallel plate device with a channel height of 0.25 mm. The temperature
of the feed was kept constant at 298 K. The pressure was monitored with two pressure
sensorsin the parallel plate device, one before and one after the microsieve. The pressure
at the permeate side of the microsieve was atmospheric. The feed flow rate was moni-
tored with a rotameter and the permeate flux was measured with an analytical balance.
Since the microsieve was divided into porous and non-porous fields, the permeate flux
was cal cul ated based on the surface area of the porous fields only.

54 Resultsand discussion

54.1 Predicted steady-state fluxes

Using Equation 5.3, we first calculated the diffusion coefficients for the separate particles
in a bidisperse suspension as a function of the suspension composition and related these
values to the diffusion coefficients in case of a monodisperse suspension (Figure 5.2).
The ratio of the particle radii a,/a; was 3 (equal to that in the experiments). In the
calculations, thetotal volumefraction of particles ¢ in the concentration polarisation layer
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Figure5.2: Relative diffusion coefficient for the separate particles in a bidisperse suspension
as a function of suspension composition for a total volume fraction of 0.6 and @»/a;=3, as
calculated on basis of the particle migration mode!.

was always assumed 0.6. Starting from amonodisperse suspension of particle 1 (¢, /¢$=1),
the diffusion coefficient first increases with increasing amount of particle 2. Thisis due
to the increase of the mean particle radius (Equation 5.3: a) in the suspension. From a
volumeratio ¢, /¢ of 0 up to 0.75, the increasing volume fraction of particle 1 (¢,) in the
suspension causes the diffusion coefficient to increase. In contrast to particle 1, particle
2 shows a monotonous decrease of the diffusion coefficient with increasing volume ratio
of the small particle. Thisis because the mean particle radius and the concentration of
particle 2 both decrease. Apparently, the diffusion coefficient of the smaller particleinthe
bi di sperse suspension has a different dependence on suspension composition as compared
to that of the larger particle. But what doesthisimply for the steady-state flux during MF?
To analyse this effect, we cal cul ated the steady-state flux using Equation 5.2, but adjusted
for the relative change of the diffusion coefficients of both particles 1 and 2, as compared
to the monodisperse case. With these model calculations we get two relations for the
steady-state flux as a function of suspension composition (Figure 5.3).

We can expect that the lowest value for the steady-state flux will actually be measured
during MF, because this represents the situation in which neither for particle 1 nor for
particle 2 an excess particle flux exists. According to Figure 5.3, thiswould imply that for
avolume ratio ¢, /¢ lower than 0.75, the back-transport flux of particle 1 determines the
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Figure5.3: Length-averaged steady-state permeate flux for cross-flow MF, calculated for the
Separate particles (a1 =0.8 um; ax=2.4 um) in a bidisperse suspension based on the particle
migration model. The bold lines indicate the predicted actual steady-state flux. Microfiltra-
tion conditions: 4y =2.0*10° s7'; ¢, =0.6; ¢y, =1.5*107°; T =298 K; L =4.1*1073 m.

steady-state flux, while for a volume ratio ¢, /¢ higher than 0.75 particle 2 does (except
for avolumeratio ¢, /¢ of exactly 0 or 1). From this, it followsthat the flux is comparable
to the flux of the monodisperse suspension of the smaller particle for avolumeratio from
0.25 up to 0.75. For volume ratios ¢, /¢ near 0 or 1, the experimentally determined flux
values should be considered with care, because measured fluxes may easily be influenced
by particle depletion in the concentration polarisation layer or by very slow cake layer
formation. Please note, in the calculations we only consider the concentration difference
between concentration polarisation layer and bulk phase for the migration potential. We
assume that the shear rate and the viscosity do not change the migration potential sig-
nificantly from that of the monodisperse case. This seems a reasonable assumption. We
calculated, using the model of Probstein and co-workers (Equation 5.5), that for the bidis-
perse suspension, the volume fraction in the concentration polarisation layer would need
to risefrom ¢=0.60 to 0.66 (in the most extreme case) in order to achieve the same viscos-
ity asfor the monodisperse suspension. Thisincrease in volumefraction givesan increase
in steady-state flux of only 3%.
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Figure 5.4: Flux and transmembrane pressure during microfiltration of a bidisperse suspen-
sion of polystyrene particles (a; =0.8 um, ¢1/¢ =0.8 and a; =2.4 um, ¢2/¢ =0.2). The
transmembrane pressure was step-wise increased during the run. Microfiltration conditions:
Ao =2.0%10° s71; ¢y, =1.5%1075; T =298 K.

5.4.2 Experimental results

Steady-state flux levels were determined for monodisperse suspensions with particle radii
of 0.8 and 2.4 um and for bidisperse suspensions, consisting of mixtures of these two
particles. This was done by step-wise increasing the transmembrane pressure during a
filtration run and measuring the steady-state flux (an example is shown in Figure 5.4).

Dueto thelow membrane resistance of microsieves, already at an extremely low trans-
membrane pressure a cake layer is formed and a steady-state flux level is achieved. In a
steady-state situation, an increase of the transmembrane pressure only resulted in atem-
porary increase of the permeate flux. The subsequent decrease of the flux can be explained
with extra accumulation of particles on the membrane surface, resulting in athicker cake
layer. From our calculations on bidisperse suspensions, we expected that the particle with
the largest excess particle flux would determine the steady-state flux level.

As can be seen from Figure 5.5, for all bidisperse mixtures the steady-state flux was
comparable to the flux of the monodisperse suspension with the smaller particles. The
variation in flux between the mixtures was relatively small. Apparently, in the bidis-
perse mixtures, the smaller particle had a larger excess particle flux and determined the
steady-state flux level. Thisisin agreement with our model predictions. Comparison of
the measured steady-state flux levels with values that are predicted by the shear-induced
diffusion model reveals that the measured fluxes are about 5 times lower. This might
be due to an overestimation of the predicted steady-state flux for short filter lengths (L).
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Figure 5.5: Measured steady-state flux for microfiltration of a bidisperse suspension of
polystyrene particles (a; =0.8 um; ay =2.4 1m) as a function of suspension composition.
Microfiltration conditions: 4y =2.0*10° s71; ¢, =1.5*107°; T =298 K.

According to Equation 5.2, the flux of monodisperse suspensions increases with the di-
ameter of the particles with a power-dependence of 1.33. For the particles investigated
here (az/a; =3), aflux ratio (J,/J;) of 4.3 isexpected, while we measured a flux ratio of
2.7. Thiseffect is currently investigated further.

55 Conclusions

In this study, we found that the steady-state flux for MF of a bidisperse suspension with
aratio of particle radii of 3 has alevel that is comparable to that of a monodisperse sus-
pension of the smallest particle (in the bidisperse suspension). The trend in the observed
behaviour could be described accurately with a particle migration model for polydisperse
suspensions. This model takes the effect of the particle size distribution on the shear-
induced migration of individual particlesinto account.

List of symbols

a particle radius, m
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a average particle radius, m

b dimensionlessfunctionin Eq. 5.5

Dy shear-induced diffusivity, m?/s

(J) lengt-averaged permeate flux, m/s

Ji migratory flux of particlei, m?/s

k dimensionless particle migration parameter in Eq. 5.3
L filter length, m

P transmembrane pressure, bar

Greek symbols:

) particle volume fraction

on particle volume fraction in the bulk suspension

Om maximum packing density

Gmo maximum packing density for a monodisperse suspension
o particle volume fraction at the channel wall

o shear rate, s!

Yo nominal shear rate at the membrane surface, s+

A dimensionless particle migration coefficient in Eq. 5.3
i viscosity, kg/m.s
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Although the principal mechanisms of crossflow microfiltration (MF) are well-known,
the practical applicability of the resulting microfiltration modelsis still limited. This can
be largely attributed to the lack of understanding of effects of polydispersity in the par-
ticulate suspensions, as relevant to concentration polarisation in MF. This paper describes
an investigation of concentration polarisation behaviour of bidisperse suspensions, in the
regime where shear-induced diffusion is the dominant back-transport mechanism. In the
transient flux regime, the particle deposition onto the membrane was monitored by means
of Confocal Scanning Laser Microscopy. As in accordance with the linear dependence of
the shear-induced diffusivity on a?, only the small particles in the bidisperse suspensions
were found to deposit onto the membrane. The back-transport flux that was calculated
from the deposition rate and the actual permeate flux, was found to be independent of
the composition of the suspension, whereas it was equal to the back-transport flux of a
monodisperse suspension of the small particles only, with asimilar total particle fraction.
These results can be explained with the occurrence of particle size segregation in the feed
flow, which leads to an enrichment with small particles of the suspension near the mem-
brane. The findings are also shown to be relevant to particle fractionation processes by
MF. In such fractionation processes, particle size segregation is found to have a strong
effect on the separation characteristics such as particle size and fat content of the perme-
ate. A polydisperse suspension could be fractionated using a membrane having a pore
Size larger than the largest particles present. The fractionation thus results not from size
exclusion in the membrane, but from segregation effects in the feed channel.

6.1 Introduction

It is aready known for a century that the yield of microfiltration (MF) processes can be
improved by means of a crossflow parallel to the membrane [82]. The shear flow that is
induced in thisway, reduces the deposition of suspended particles onto the membrane and
enables operation at a (quasi-)stationary filtration rate for along time.

In spiteof the succes of MF, the process of particle deposition and itseffectson MF are
only marginally understood, because of the great number of parameters that is involved.
Just to name a few, particle size distribution, shape and deformability of the suspended
particles, flow resistance of the deposited layer, and membrane morphology. It is obvious
that for process design and improvement, a better understanding of crossflow MF is of
major importance; preferably based on (model) predictions. The two key aspects for this
are: 1) thekinetics of particle deposition and 2) the properties of the deposited layer. This
paper will focus solely on the kinetics of particle deposition.

The last twenty years, significant progress has been made in the understanding of
crossflow effects on suspensions with hard spherical particles of one size. The mod-
elsthat are available for such systems, distinguish different mechanisms for the reduced
particle deposition onto the membrane such as Brownian diffusion, shear-induced diffu-
sion, inertial lift and surface transport [10]. The relevance of these particle back-transport
mechanisms for an actual MF system is determined by mainly the shear rate and the par-
ticle radius. When colloidal interactions play arole, normally for particle sizes between
10 nmand 1 m, the potential barrier between particlesis also relevant [83].
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For particle sizes between 0.5 and 30 um, shear-induced diffusion is the most rele-
vant back-transport mechanism [10]. Since particle-particle interactions determine shear-
induced diffusion, modelling of the MF process of polydisperse suspensionsin the shear-
induced diffusive regime requires knowledge of the ensemble behaviour of the suspended
particles. Kramadhati and co-workers [84] evaluated the shear-induced diffusion model
of Romero and Davis [8] for MF of a polydisperse feed suspension. Their calculations
showed amongst others that the average particle size in the deposited layer was in general
smaller than in the bulk phase, due to the lower deposition rate of the larger particles.
Although their calculations may be illustrative for the effects of polydispersity, the pre-
dictions of Kramadhati and co-workers have not been validated yet. In earlier work [85],
we adapted a shear-induced migration model of Shauly and co-workers [71] for MF of
bi di sperse suspensions and found that this model gave a good description of the stationary
filtration rate for relative volume fractions of large particles between 20 and 80%. The
paper isone of the few that include the effects of particle polydispersity on the kinetics of
particle deposition, albeit directed at stationary situations.

Experimental work of several authors reveaed that the average particle size in the
deposited layer is smaller than in the bulk phase of the suspension [86-88]. Kim and
co-workers [89] found a good correl ation between experimental results on the cake resis-
tance and a newly defined effective particle diameter, which was related to shear-induced
diffusivity. In our earlier work [85], we analysed the stationary filtration rate for a bidis-
perse particle suspension, in the regime of shear-induced diffusion. We found that the
smallest particle in the suspension determined thefiltration rate. For the particle sizeratio
of 3 used in this study, the stationary filtration rates for the bidisperse suspensions were
similar to that of monodisperse suspensions of the smallest particle.

This paper presents an experimental study on the behaviour of bidisperse suspensions
in the shear-induced diffusive back-transport regime of MF. The particle deposition onto
the membrane is monitored in the transient flux regime by means of Confocal Laser Scan-
ning Microscopy. In thisway, the back-transport of the separate particlesin the bidisperse
suspension is quantified as a function of the suspension composition (ratio of particle
radii, relative volume fraction of large and small particles). The observed behaviour isre-
lated to different shear-induced diffusion phenomenadescribed in literature. The practical
relevance of our findings is demonstrated in a study on fractionation of milk fat globules.
In the next paragraph, we give an overview of those shear-induced diffusion phenomena
in bi- or polydisperse suspensions that are relevant to MF.

6.2 Shear-induced diffusion in polydisper se suspensions

6.2.1 Particle back-transport as determined by shear-induced mi-
gration

Shear-induced migration comprises the phenomenon of collective particle behaviour as
a result of shear-induced diffusion. In a suspension that is subjected to a shear flow,
hydrodynamic particle-particleinteractions can giveriseto thisdiffusive behaviour, which
Isthe main cause for back-transport of particles between 0.5 and 30 xm [10]. Romero and
Davis used amodel of Leighton and Acrivos[15] for the description of the shear-induced
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diffusivity D, of a monodisperse suspension with hard, spherical particles:
D, = 0.335a¢” (1 + 0.5e>%%) (6.1)

From this equation, it becomes clear that the particle radius strongly affects the shear-
induced diffusivity. It can therefore be anticipated that the particle size distribution will
be of considerable influence as well.

Romero and Davis[8] have developed aMF model, describing the particle deposition
onto the membrane and the permesate flux, with shear-induced migration as the back-
transport mechanism for monodisperse suspensions. According to an exact similarity
solution of thismodel [81], the stationary permeate flux Jg is given by:

¢ 'CL4 1/3
¢b : Lm)

where Yy 0 1S the nominal shear rate at the wall, ¢. and ¢, are respectively the particle
volume fraction in the particle layer and in the bulk phase, « is the particle radius, and
L., isthe total membrane length. The angle brackets denote that the flux is averaged over
the membrane length. This solution isvalid for a bulk particle volume fraction ¢, <0.1,
for a situation where the permeate flux is determined by the flow resistance of the particle
layer at the membrane, and for a membrane length that is much longer than the length of
the particle layer-free zone at the beginning of the membrane.

Shauly and co-workers [71] took the particle size distribution into account in a shear-
induced migration model, which was originally developed by Phillips and co-workers
[16]. This phenomenological model describes shear-induced diffusive particle fluxes re-
sulting from a gradient in particle interactions and a gradient in shear stress[71]:

() = 0.072 Aty - ( 6.2)

) L . a
Ji = —kYyaa;0¢; |7 In (Y¢;) + -V In p* (6.3)

where j; isthe migratory flux of particle i, £ and A are dimensionless constants, a is the
average particle radius and 1 is the viscosity. The term outside the brackets denotes the
shear-induced diffusivity Dy ; for the ith particle.

In previouswork [85], we carried out cal culations on the stationary flux by introducing
the shear-induced diffusivity of the small particles (in bidisperse suspensions: Equation
6.3) in the model for the stationary permeate flux J.; (Equation 6.2). Therewith, the
particle volume fraction remains as a driving force for shear-induced migration.

6.2.2 Shear-induced particle segregation in channel flow

It is known from literature that shear-induced migration can also lead to size segregation
of particles in a suspension subjected to channel flow. The center region of the channel
is found to be enriched with large particles, whereas the zone near the channel wall was
almost depleted of large particles [68]. This size segregation could be important for mi-
crofiltration systems, because the crossflow is usually much larger than the flow through
the membrane. In that way, only the composition of the suspension that flows closely
along the membrane wall may be relevant to concentration polarisation and cake layer
formation. Whether thisis also the case in this study, is discussed in the results section.
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Figure 6.1: Schematic drawing of the microfiltration set-up with on-line monitoring of parti-
cle deposition onto the membrane by means of CSLM. A detailed description is given in the
text.

6.3 Materialsand methods

6.3.1 CSLM experiments
Microfiltration set-up

A crossflow MF system was used, consisting of a parallel plate device with a channel
height of 0.25 mm and a channel width of 26 mm (Figure 6.1). The feed was continuously
recirculated over the parallel plate device with a crossflow velocity of 0.04 m/s. This
yieldsashear rate 4 at the membrane surface of 1000s!. Thevolumeintherecirculation
loop was such that no significant concentration took place during an experiment. The
pressure was monitored with two pressure sensors in the parallel plate device, at equal
distance up- and downstream of the membrane. At the permeate side the pressure was
atmospheric. The experiments were performed at ambient temperature.

A polyethersulfon MF membrane (Omega, low-protein binding modified, Filtron,
USA) with a Molecular Weight Cut-Off (MWCO) of 100 kDa and a membrane area
of 36 mm? was used. The feed consisted of a suspension of dyed polystyrene spheri-
cal particles (surfactant-free, sulfate polystyrene, density 1.06 g/ml, Interfacial Dynamics
Corporation, USA) in demineralised water. The particles were dyed with fluorescent col-
oring agentsin order to make them visible with the Confocal Scanning Laser Microscope
(CSLM). Particles with a diameter of 1.6 and 4.0 or of 1.6 and 9.8 um were mixed to
obtain a bidisperse suspension. With these particle diameters, together with the relatively
low shear rate of 1000 s!, we are well within the shear-induced diffusive regime [10].
The total volume fraction ¢, Of particles was always 1.8*10~5. Because it is known
that the smaller particles mainly deposit onto the membrane and it is expected that these
smaller particles will be influenced most at relatively high concentrations of large parti-
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Figure 6.2: Example of the particle deposition onto the membrane during MF of a bidisperse
suspension, as monitored with CSLM. The images represent a time sequence, where time
proceeds from left to right, and consist of an overlay of images that were taken separately of
the different-sized particles (particle diameter 1.6 and 9.8 um).

cles, bidisperse suspensions with more than 70% v/v large particles were chosen for the
experiments.

Analysis of the particle deposition and the per meate flux

The permeate flux through the membrane was monitored with an analytical balance. The
particle deposition onto the membrane was monitored with CSLM (LeicaTCS SP2, Leica
Microsystems, Heidelberg, Germany). Hereto, a lens was used with a magnification of
20 and a working distance of 3.2 mm. The CSLM images encompassed 0.036 mm?
membrane surface. The excitation wave length of the laser was 488 nm. The different-
sized particles had different colors, so they were viewed separately at an emission wave
length of 500-536 nm and 568-621 nm respectively. The CSLM generates x-y images of
thefocal plane. Because the depth z at which the particles deposit was not exactly known
beforehand, the 2-D images were scanned at different depths. The acquisition time for
one x-y image was about 1 s, while the total scan took about 30 s.

Figure 6.2 shows an example of CSLM images, taken during MF of a bidisperse sus-
pension at three pointsin time. The figure shows an overlay of the imagesthat were taken
separately for each particle-size. These separate images were analysed with the image
processing software Qwin (Leica Microsystems, Heidelberg, Germany), which first con-
verts the image into a binary file. The amount of particles deposited onto the membrane
was assessed by counting the pixels with an intensity above a certain treshold value. For
each experiment, a calibration was carried out first in order to relate the amount of pixels
to the number of particles. The assessment of the amount of particles was only possible
when less than one layer of particles was deposited onto the membrane. Therefore, only
datafor atotal surface occupation of lessthan 60-65%, as derived from the counting of the
pixels, were taken into account. The amount of particles on the membraneis presented as
the surface load I, which corresponds to the volume of particles per surface area of mem-
brane (unit: ml/m?). The theoretical maximum surface load I" corresponds to the surface
load of one layer of particleswith avolumefraction of 1.0 and is dependent on the particle
size: 1.1 ml/m? (1.6 um), 2.7 ml/m? (4.0 zm) and 6.5 ml/m? (9.8 zm)). Since we are only
interested in concentration polarisation-controlled particle deposition, we have corrected
the surface load for the amount of particles that deposited otherwise (physico-chemical
adsorption). This amount of adsorbed particles is determined from calibration curves,
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Figure 6.3: Cumulative particle size distribution of milk, as analysed by laser diffraction.

which were measured for the respective monodisperse suspensions at ¢o.= 1.8*107°.
It is assumed that the adsorption rate is linearly dependent on the concentration of the
respective particle in the bulk phase.

6.3.2 Fractionation of milk fat globules

Raw milk (fat content 4.40%) was used in the experiments. The particle size distribution
(psd), whichis primarily determined by the milk fat globules present in milk, isshownin
Figure 6.3.

The MF set-up consisted of the Alfa Laval MFS-1 system, equipped with a 5.0 xm
ceramic MF membrane (SCT Membralox P19-40, tubular a«—Al;,O3 membrane, tube di-
ameter 4.0 mm, membrane area 0.20 m?). The filtration temperature was 50°C and the
crossflow rate was set at 2.2 or 6.6 m?3/h, corresponding to a crossflow velocity (CFV)
of 2.6 and 7.7 m/s respectively. The wall shear rate 5.n 0, Which is given by 8v/d;
(v=velocity, d,=tube diameter), was equal to 5.1 x 103 and 15.4 x 103 s~! respectively.
At a CFV of 7.7 m/s, not only shear-induced diffusion, but also inertial lift may play a
role as back-transport mechanism, especially for the largest milk fat globules [10]. The
experiments were carried out following the so-called Uniform Transmembrane Pressure
concept [90] by circulating permeate co-current to the retentate. The permeate circulation
capacity was adjusted to the actual crossflow rate in order to create a permeate pressure
drop equal to the retentate pressure drop. The experiments were carried out in continuous
mode at a concentration factor CF (=Qteea/Qretentate) Of 2.5. The transmembrane pressure
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Figure6.4: Therelativeflux J/.Jy asafunction of timefor asuspension with 1.6 um particles
ataTMP of 0.1 and 0.4 bar and for suspensions with 4.0 and 9.7 um particles at a TMP of
04 bar.

was adjusted in such a way that the permeate flux was between 0.069 and 0.56 mm/s.
Each experiment was started at a low permeate flux of 0.069 mm/s, alowed to settle for
0.5 h, and followed by arun of 0.5 h at a similar permeate flux. Then the permeate flux
was increased stepwise to 0.139, 0.278 and 0.417 or 0.556 mm/s, in three more runs of
0.5 h each. At the end of each run, samples were taken of the retentate and permeate,
and analysed for fat content (Rose Gottlieb method) and particle size distribution (laser
diffraction, Mastersizer X (Malvern Instruments, Malvern, UK)).

6.4 Results

6.4.1 Kineticsof particle deposition

The CSLM experiments are carried out at a transmembrane pressure (TMP) of 0.4 bar,
which goes together with a clean water flux (CWF) of 0.3 mm/s. From Figure 6.4, it
becomesclear that at a TMP of 0.4 bar the flux decrease is strongest for the 1.6 um particle
suspension. Thefluxesfor the other particlesare fairly constant. Thisisin agreement with
Equation 6.2, which predicts that only monodisperse suspensions with a particle diameter
of 1.6 um will exhibit flux decline and particle deposition. At a TMP of 0.1 bar, the flux
was also fairly constant for 1.6 um particles, as was expected from Equation 6.2.

For particle diameters of 4.0 and 9.8 ;:m, some particle deposition has been monitored
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with CSLM (Figure 6.5). The surface load I" was found to increase amost linearly in
time. Since the initia flux J, was lower than the flux predicted by Equation 6.2 for the
respective particles, it isunlikely that this particle deposition is caused by an unbalancein
the concentration pol arisation-controlled transport of particlestowardsthe membrane. We
therefore hypothesize that this particle deposition is due to physico-chemical adsorption,
which is not related to the phenomena that are currently under investigation. For the
particle size of 1.6 um, the total particle deposition was much faster at a TMP of 0.4 bar
than at 0.1 bar, therewith indicating that it is still well-possible to distinguish between the
concentration polarisation-controlled kinetics in which we are interested and adsorption
effects. In the following results, we have therefore corrected the surface load for the
amount of adsorbed particles, as described in section 6.3. The corrections that we have
applied thisway are in the order of 17% of the original surfaceload I'.

The flux and surface load during filtration of bidisperse suspensions (particle sizes 1.6
and 4.0 ym) were investigated. The flux decline was very slow and depended on the con-
centration of small particles: the fastest flux decline isfound for the suspension with the
highest concentration of small particles (Figure 6.6). In the first few minutes of filtration,
for concentrations of small particles of 10, 15 and 20%, the flux was relatively low and
unstable, due to start-up effects. Therefore, the following analysis of our results is based
on the momentaneous flux. The surface load I" for the small particles increases to 0.07-
0.16 mi/m? in the first 10 min of the filtration run (Figure 6.6). After the start-up period,
the increase was practically linear in time and was faster with increasing concentration of
small particles. The surface load for the large particles was found to be negligibly small
(results not shown). Apparently, the back-transport velocity of the large particles in the
bi di sperse suspensions does not decrease drastically compared to a monodi sperse suspen-
sion. Thelinear increase of the surface |oad can be understood asfollows: the transport of
particles towards the membrane only decreased very slowly, asis reflected in the observa-
tion that the flux is almost constant, and the back-transport of particlesis also expected to
be constant in time since bulk volume fractions and CFV remain constant. Therefore, the
deposition rate of particles, which is the difference between the two transport velocities,
Is constant as well.

For bidisperse suspensions with particle sizes of 1.6 and 9.8 um, similar trends were
found aswith particlesizesof 1.6 and 4.0 um (Figure 6.7). The higher the amount of small
particles, the more small particles are deposited. Moreover, both experiments carried out
with 10% small particles show similar numerical values for the surface load. The surface
load T" of the large particles was negligibly small again (results not shown). The flux
decline was very gradual, abeit that the suspension with 2.5% small particles showed
some start-up problems.

6.4.2 Shear-induced diffusive particle behaviour

In order to analyse the shear-induced diffusive behaviour of the small particles in the
bidisperse suspensions, we calculated the back-transport fluxes in our experiments and
compared these to the back-transport fluxes as predicted by Equation 6.2. The back-
transport flux in the experiments is calculated in three steps. 1) determine the particle
deposition rate as a function of time by progressive regression of I" over ¢ over atime
interval of 4 min, moving along the time axis, 2) determine the maximum value for the
deposition rate as to exclude possible start-up effects, 3) determine the back-transport
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Figure 6.5: The surface loadT" as a function of time for a monodisperse suspension with 1.6
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Figure 6.8: The back-transport flux as measured for bidisperse suspensions and compared to
model predictions of three different models, as explained in the text.

flux by subtracting the deposition flux from the actual flux at the corresponding time. The
results are shown in Figure 6.8. The experimental data are compared with the predictions
for three different cases, each with other assumptionsfor the interaction between the two
different-sized particles.

Thefirst caseisbased on the assumption that the shear-induced diffusivity of the small
particles is not influenced by the presence of the large particles at all. Most likely, this
will only occur when the concentration polarisation layer isfree of large particles, because
otherwise interactions between the small and large particles in this layer are expected to
change the shear-induced diffusivity (Equation 6.1 and 6.3). The back-transport flux for
this first case is consequently calculated with Equation 6.2, with the actual concentra-
tion of small particles in the bulk ¢, and a fraction of small particles at the membrane
¢. =0.6 (as mostly assumed in shear-induced diffusion models for monodisperse suspen-
sions[8, 10, 81]). Because the concentration difference between bulk phase en concentra-
tion polarisation layer is highest, the maximal back-tranport flux is calculated in thisway.
In the second case, we assume that the shear-induced diffusivity of the small particlesin
the concentration polarisation layer is affected by the presence of large particles. This
implies that the ratio of small to large particles is the same in the bulk phase and in the
concentration polarisation layer (but only the small particles deposit). The shear-induced
diffusivity is calculated according to Dy ; in Equation 6.3, which depends on the actual
ratio of particle sizes. Next, Equation 6.2 is corrected for this change of the shear-induced
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diffusivity by correction of the value of a. Hereafter the back-transport flux is calculated
(Equation 6.2). In the third case, we assume that particle size segregation as measured
in bidisperse suspensions by Lyon and Leal [68] occurs in the feed flow. These authors
found that the region close to the wall was totally depleted of large particles, whereas
the fraction of small particles was equal to that of a monodisperse suspension with the
same total volume fraction of particles. We have therefore taken the total particle fraction
(=¢rarge + sman) &S the bulk fraction ¢y, in our calculations (¢. =0.6) and subsequently
calculated the back-transport flux with Equation 6.2.

The three cases described earlier are used to calculate the back-transport flux as a
function of the fraction of small particles. In Figure 6.8, the normalised back-transport
flux (relative to back-transport in a monodisperse suspension) is shown. In the first case,
the normalised back-transport flux is a function of the concentration of small particles
and will decrease with increasing concentration of small particles (Equation 6.3). For
the second case, the normalised back-transport flux is a function of the concentration of
both particles and their size aspect ratio. The curves show an optimal ratio of small to
large particles for back-transport. The third case shows back-transport behaviour which
is independent of the fraction of small particles. The measured back-transport fluxes are
all between 0.64 and 1.33 of the back-transport flux for a monodisperse suspension. The
experimental data are best described by model 3 that takes particle size segregation into
account. The back-transport flux of the small particles in the bidisperse suspension does
not seem to be affected by the particle composition and is equal to that of a monodisperse
suspension with the same total volume fraction of particles. Based on these results, it
can be expected that the steady-state flux (Js) of these bidiperse suspensions will also
be equal to that of monodisperse suspensions, which is in accordance with our previous
findings [85]. Measuring the steady-state flux (.J) for the suspensions used in this paper
is very difficult, since the flux decline is very ow. Therefore, these measurements were
not carried through till steady-state was reached.

Our CSLM method has given us important clues on the kinetics of particle deposition
during MF and shows that particle size segregation is a factor that can be of importance
while designing MF processes. Whether thisisthe case istested in amilk filtration set-up.

6.4.3 Fractionation of milk fat globules

The fractionation of milk fat globulesis carried out partly following a patented process
[91], but a much lower flux levels and with a membrane with arelatively large pore size.
The measured TMP is shown as afunction of .J in Figure 6.9. The TMP increases nearly
linear with J, with an identical slope for the different CFV’s. Moreover, the slope was
identical to the slope for clean water. This indicates that no deposition of fat globules
has taken place and that J is controlled by the membrane resistance solely. Apparently,
the membrane pore size is larger than the fat globule size of the permeating fat globules,
such that they can pass the membrane. The absolute values of the TMP are higher at a
CFV of 7.7 m/s. As can also be concluded from the measurements of the cleanwaterflux,
these higher values are due to the presence of an offset pressure in the system, probably
caused by the placement of the pressure sensors near a pipe constriction, just outside the
membrane module.

At a CFV of 2.6 m/s, the relative fat content of the permeate increased from 0.43
(/=0.069 mm/s) to 0.79 (J/=0.42 mm/s) with increasing .J (Figure 6.10). The mean par-
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Figure 6.9: Transmembrane pressure TMP as a function of the permeate flux J (crossflow
velocity CFV 2.6 and 7.7 nvV/s) during MF (5.0 um, 50°C, CF 2.5) of milk. The solid lines
represent fit results of linear regression, whereas the dashed lines show the relation between
TMP and Jfor clean water.

ticle size showed a similar trend and increased from 3.0 to 3.6 um. AtaCFV of 7.7 m/s,
the relative fat content was always lower and the particle size was aways smaller. The
increase with J was less pronounced as well. The average values were 0.29 (relative fat
content) and 2.9 ym (median psd).

Itisclear that the fat globules are separated on size. As stated above, deposition of fat
globules onto the membrane can be excluded as the cause for this separation. It could be
debated whether the membrane itself could act as a screen, without resulting in particle
deposition. It can be seen in Figure 6.10 that at CFV=2.6 m/s and J=0.42 mm/s, the fat
globule size and the fat content of the permeate approaches that of the feed very near. At
different conditions, but with the same membrane however, the fat globule size and the fat
content of the permeate shifted to totally different values. This effect cannot be explained
with the screening action of the membrane.

Theresultsin Figure 6.10 indicate that particle size segregation takes place. In contrast
to the bidisperse suspensions, for the largest fat globules and CFV=7.7 m/s, the particle
Size segregation may not be solely induced by shear-induced diffusion. Because of the
relatively large particle size and high wall shear rate, inertial lift can also play arole. As
can be seen in Figure 6.10, also in this regime, particle size segregation was still evident.
In general, particle size segregation increases with increasing shear rate. Thiswill result
in smaller particle sizes in the region near the wall and consequently in smaller particle
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Figure6.10: Thefat content, relative to the fat content of milk, and the median of the particle
sizedistribution in M F-permeate as a function of the permeate flux .J (crossflow velocity CFV
2.6 and 7.7 m/s) during MF (5.0 um, 50° C, CF 2.5) of milk.

sizesin the permeate. In Figure 6.10, the median indeed decreases with increasing CFV
indicating that particle size segregation was more severe at a CFV of 7.7 m/s. Moreover,
anincrease of particle size in the permeate can be expected with increasing J (no retention
by membrane), a trend that is expected to be more pronounced at lower shear rates. This
IS because a larger part of the crossflow, with larger particle sizes, permeates through
the membrane. Again, this was measured. We can therefore conclude that particle size
segregation is not only significant for bidisperse suspensions, but also for polydisperse
particle fractionation by MF. In such particle fractionation processes, the composition of
the permeate can be controlled with the CFV and J, while the only limitation for the pore
size of the membraneisthat it islarger than the largest particles in the feed suspension.

6.5 Conclusions

In order to investigate the shear-induced diffusive behaviour of particlesin bidisperse sus-
pensions, as relevant to concentration polarisation in MF processes, we have analysed the
flux and particle deposition onto the membrane. The particle deposition was monitored by
means of on-line CSLM. From the measured deposition rate of the small particles and the
flux, it could be concluded that the back-transport flux of the small particles did not de-
pend on the composition of the bidisperse suspension and was equal to the back-transport
flux of the monodisperse suspension with the same total particle volume fraction. These
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results can be explained with the occurrence of particle size segregation in the feed flow,
leading to an enrichment with small particles of the suspension in the vicinity of the
membrane wall. This conclusion is not only relevant to concentration polarisation in MF
processes, but also to particle fractionation by MF as is shown in a study on the frac-
tionation of milk fat globules. Here, particle size segregation leads to a distinct effect on
the separation characteristics of the process such as particle size and fat content of the
permeate, leading to fractionation of a polydisperse suspension with a membrane having
apore size that islarger than the largest particle present.

List of symbols

a particle radius, m

CF concentration factor

CFV crossflow velocity, m/s
CWF clean waterflux, m/s

d diameter, m

D diffusivity, m?/s

j migratory particle flux, m?/s
J transmembrane flux, m/s

k dimensionless particle migration parameter in Eq. 6.3
L length, m

Q mass flow rate, m?/s

t time, s

TMP transmembrane pressure, bar
v velocity, m/s

Greek symbols:

‘ shear rate, s!

surface load, ml/m?

dimensionless particle migration coefficient in Eq. 6.3
viscosity, kg/m.s

particle volume fraction

bscripts:
bulk
cake
membrane
shear-induced
steady-state
tube
nominal
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Particle deposition behaviour on membrane filters is of the utmost importance for the
flux and selectivity. For milk filtration not only the particle behaviour as such but also
the behaviour in time is a factor to take into account. Therefore we applied a differential
analysis to the flux decline during dead-end filtration of latex, casein micelles and milk
fat globules.

Based on our analysis for latex we distinguished two regions, one best described by
pore blocking and one by cake filtration. Besides these two regions, no other time depen-
dent behaviour was observed, as was expected for latex. However, for casein micelles and
milk fat globules various other time dependent effects were observed and quantified.

Pore blocking of an UF membrane by micellar casein was relatively inefficient, as
concluded from the values of the pore blocking parameter of 0.1-0.2. In contrast, the cake
resistance was relatively high, 35 times higher than expected from the Carman-Kozeny
theory. This may be attributed to a decrease of the size of the casein micelles, leading to
the formation of very compact layers. The specific cake resistance of micellar casein was
lower for a MF membrane where depth filtration played arole.

Milk fat globules generate layers with a very high cake resistance, both for liquid and
for partly crystallised fat. For liquid fat, spreading of milk fat globules onto the mem-
brane and deformation of milk fat globules seem to be the main cause for the high cake
resistance. When alarge part of the milk fat was crystallised (T=5°C), partial coalescence
of milk fat globules in the cake layer seemsto play arole.

Differential cake analysis proved to be a valuable method for the evaluation of con-
centrated particle layers, resulting in better knowledge about the specific (time dependent)
particle behaviour in these layers. In this way, parameters are identified that are essential
for the design of microfiltration or ultrafiltration processes.

7.1 Introduction

Microfiltration is a widely applied technique in the food and bioprocess industry for the
separation and fractionation of particles in suspensions, such as present in milk. Milk
contains about 15% v/v colloidal particles, mainly casein micelles (proteins) and (emul-
sified) fat globules. The development of the Uniform Transmembrane Pressure (UTP)
concept in the 70's and 80's of the last century [90] enabled succesful microfiltration of
this concentrated suspension on an industrial scale. This opened the way for the applica-
tion of microfiltration for e.g. the reduction of bacteria and spores [92], fractionation of
fat globules[91] and the separation of casein micelles and serum proteinsin milk [92].

The performance of microfiltration processes is governed by particle deposition onto
the membrane. Therefore, prediction of flux (decline) and separation performance re-
quires a good understanding of this particle deposition process. Not only the deposition
rate, but also the properties of the deposited layer play an important role.

Studies on the properties of deposition layers of (other) proteins [93—97] and emul-
sion droplets [98] are mostly carried out by modelling of dead-end filtration processes
with a constant pressure drop. Two different modelling approaches can be distinguished:
1) based on the filtration equations of Hermia[99], and 2) based on the sieve mechanism
of Fippov [100]. Both approaches recognise two different mechanisms: pore blocking
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and cake filtration. The first mechanism is usually relevant in the beginning of the depo-
sition process, and the second one after the deposition process has progressed for some
time. Both approaches as well as both mechanisms can be expressed in one characteristic
filtration law, describing how the change in resistance ( d2") is related to the resistance

dv?2
H dt \.
(inverseflux, 5v):

d?t de \"
ae ke (W) (7.1)

The values of the constant £ and the exponent »n depend on the filtration mechanism.
For pore blocking, n can vary between 1 and 2, and for cake filtration n=0. The two
approaches of Hermiaand Flippov are only different in the formulation of pore blocking.
Hermia distinguishes three blocking mechanisms, complete, standard and intermediate
blocking, each with afixed value for n of 2, 1.5 and 1 respectively. Flippov usesasingle
parameter 5 (see section 7.2.4) to describe pore blocking for agiven filter and suspension.
This parameter has physical meaning: it is the ratio of the area of influence of a particle
above a pore and the pore area itself. In other words, the value of the single parameter is
a measure for the relative flux decline caused by the deposition of a single particle onto
the membrane as related to the relative projection area of this particle on the membrane.
The exponent n does not have a specific value in this approach.

The abovementioned models are valid for non-compacting and non-compressive par-
ticle layers. For soft and polydisperse colloids such as casein micelles and fat globules,
these models may be lacking sufficient detail. Models that do take compaction and com-
pression during a filtration run into account are also available (see e.g. [101-103]), but
these models require detailed data on the concentration distribution in the particle lay-
ers. Since in general, the layers formed during milk microfiltration are very thin, analysis
of the concentration distribution is technically complex. This may be the reason that
presently, no systematic study on the properties of milk deposition layers has been pub-
lished.

In this paper, we present a new differential approach for the analysis of the properties
of deposition layers, based on simple flux measurements in dead-end filtration experi-
ments. In this method, one single flux curve is separated into a series of curves, such
that a time-sequence of flux curvesis obtained, each representing a different stage of the
filtration process. The timeinterval of each stage istaken such that the constant k& and the
exponent n. can be considered constant. In thisway, pore blocking and cake filtration can
be evaluated separately in each stage of the process, but one can also discern the effects
of compaction and compression of the particles on the flux decline in time.

We applied this approach to dead-end filtration of colloidal suspensions of casein mi-
celles and milk fat globules. In this way we focus on the properties of these industri-
ally relevant components, that, surprisingly enough, have not been studied systematically.
With our differential flux analysis approach we were able to quantify the particle be-
haviour and found very large differences between the various particles under study.
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7.2 Materialsand methods

7.2.1 Preparation of colloidal suspensions
L atex particles

Three different suspensions were used; suspensions of latex particles, casein micelles and
of milk fat globules. The latex particles (surfactant-free, sulfate polystyrene, density 1.06
g/ml, Interfacial Dynamics Corporation, USA) had mean diameters of 0.42 and 0.60 um
and were suspended in amixture of demineralised water with 23.1 % w/w glycerol, which
has the same density as the latex particles. The viscosity of the water-glycerol mixtureis
2 mPas (25°C).

Casain micdlles

The suspension of casein micelles was prepared from pasteurised skimmilk. The skim-
milk contained 3.6% w/w protein (Kjeldahl method), consisting of 2.7% w/w casein and
0.7% w/w serum protein. The skimmilk was microfiltered (Alfa Laval MFS-1 system,
filtration temperature 50°C) with a 0.2 um ceramic MF membrane (SCT Membralox
P19-40, tubular cAl,O5 membrane, tube diameter 4.0 mm, membrane area 0.20 m?) up
to a concentration factor (=Qfcea/ Qretentate) Of 7 (Viscosity measurements) or of 4 and
subsequently diafiltered (100%) and diluted (100%) with protein-free milkserum (dead-
end filtration measurements), in order to increase the protein purity of the casein micelle
fraction. After MF to a concentration factor of 4 and subsequent diafiltration, a micel-
lar casein suspension was obtained with 6.1% w/w casein and 1.4% w/w serum protein.
Since the voluminosity of casein micellesisabout 4 ml/g and of serum proteins about 1.5
ml/g (room temperature) [104], the volumetric protein purity was about 92%. By means
of ultrafiltration (filtration temperature 50°C) with a membrane with a Molecular Weight
Cut Off (MWCO) of 5 kDa, a protein-free milkserum was obtained from milk, which was
used to suspend the casein micelle fraction. After preparation of both the casein micelle
fraction and the milkserum, a preservative was added after which the liquids were kept at
atemperature of 2°C. The mean diameter of the casein micelleswas 104 nm, as according
to Walstra and others [104]. For viscosity measurements at 50°C, the voluminosity was
taken equal to 3 ml/g [104]. The viscosity of the milkserum was assumed to be equal to
that of water.

Milk fat globules

Pasteurised cream, prepared by centrifugation of milk, was used asraw material for thefat
globule suspension. To remove protein from the cream, it was diafiltered with protein-free
milkserum (prepared following the aforementioned method). Didfiltration was carried
out batch-wise, with an intensity of four times 100%, using a microfiltration set-up (Alfa
Laval MFS-1 system, filtration temperature 50°C) with a 0.8 instead of a 0.2 um ceramic
MF membrane. The ratio of protein to fat (Rose Gottlieb method) decreased from about
0.87 in milk (4% wi/w fat) to about 0.02 in the cream after diafiltration. The fat globule
fraction was suspended in the same medium and kept in the same way as the casein
micelle fraction. The size distribution of the fat globules was assessed by laser diffraction
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Figure 7.1: Cumulative particle size distribution of milk fat globule suspension, as analysed
by laser diffraction.

(Mastersizer X, Malvern Instruments, Malvern, UK). The median of the distribution was
3.59 um (batch I, Figure 7.1) and 3.50 pm (batch I1).

Milk fat consists of a heterogeneous mixture of lipids with a melting range between
-30 and +40°C [104]. At low temperatures, the amount and the morphology of the fat
crystals can vary strongly depending on the (temperature) history of the product. To
exclude temperature history effects in the filtration experiments at 5°C, the fat globules
were molten and subsequently recrystallised in the following standardised way. The fat
globule suspension was prepared 16 h before the start of the experiment, heated to 40-
45°C and cooled down and kept at 5°C.

The concentrations of particlesin the suspensionsare givenin this paper as volumetric
concentrations, unlessindicated otherwise.

7.2.2 Viscosity of micellar casein suspensions

Viscosity measurements were carried out at 50°C with a Physica MCR300 rheometer.
For casein micelle concentrations lower than 0.5, the double gap cylinder geometry DG
26.7 with gap diameters of 0.42 and 0.47 mm was used; for higher concentrations the gap
diameter was 1.13 mm (type CC 27). The measurements were carried out by starting at a
shear rate of 0.01 1/s, increasing the shear ratelogaritmically to 1000 1/s and subsequently
decreasing it againto 0.01 1/s. The casein micelle concentrate was measured after storage
at 4°C. The viscosity in relation to the casein micelle concentration was determined from
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the viscosity in the descending series of shear rates.

7.2.3 Dead-end filtration

For dead-end filtration we made use of a device (type Omegacell, Pall Life Sciences) that
was thermostatted by means of ajacket which was connected to awaterbath. Thelatex and
micellar casein suspensions were filtered at a temperature of 25°C, the milk fat globule
suspensions at 5°C and 45°C. Compressed air was used to control the transmembrane
pressure. The weight of the permeate was continuously monitored with an analytical
balance connected to a computer. The volume of the membrane cell was 150 ml. The
membrane was placed at the bottom of the cell and had a membrane area of 23.2 cm?.
The membrane material was polyethersulfon (Omega, Pall Life Sciences). Two different
pore sizes were used, a pore size of 0.3 ym and aMWCO of 10 kDa.

7.2.4 Analysisof cake properties
Filtration properties

We distinguish two different mechanisms for flux decline, pore blocking and cake filtra-
tion. For pore blocking, we follow the approach of Flippov and others [100], who derived
the following filtration equation:

Ve = %m (1+ Bt*) (7.2)

The dimensionless variables VV* and +* are defined as follows:

V*=~wnV and t* = vn(ii—v t (7.3)
t t=0
where n is the number of particles per unit volume, V' is the permeate volume, ¢ is the
filtration time and ~ represents the area ratio of the pore to thefilter area:
md?

Y=g (7.4)
where d is the mean pore diameter and S is the filter area. The parameter v is a single
dimensionless constant for all suspension concentrations and operating pressures. In this
pore blocking model, ( is the only parameter that must be identified from experimental
measurement. It represents the ratio of the area of influence of a particle above a pore
and the pore area itself and relates the relative flux decline caused by the deposition of
a single particle onto the membrane to the relative projection area of this particle on the
membrane. For amembrane with distinct circular pores, such as track-etched membranes
and microsieves, 5 should have a value of dightly larger than unity. For tortuous path
membranes as used in this study, the value of 5 can also lie between zero and unity
because the fluid has the possibility to flow laterally within the membrane structure.

The value of  was evaluated by regression analysis, minimising the residual sum
of squares between the (smoothed) measured and model fluxes. Smoothing of the mea-
surements was found to be necessary, since the resolution of the weight measurements
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introduced too much noise in relation to the relative short time interval that was used in
the fit. The measurements were smoothed by fitting the measured permeate volume ver-
sus time with a cubic polynomial. Because the value of 3 is expected to be dependent on
the amount of particles deposited onto the membrane, we have split the initial flux curve
into various stages and assessed 5 in every stage. Thelength of the stage matcheswith the
deposition of afixed amount of particles. Thisfixed amount corresponds to one deposited
layer of average-sized particleswith avolumefraction of 0.6. In thisway, valuesfor 3 are
obtained for each “separate layer”. For the latex and micellar casein suspensions, 3 was
analysed for thefirst up to the tenth layer, and for the milk fat globule suspensionsfor the

first, second and third layer. The value for the initial flux %/ was reset at each stage.

For cake filtration a comparable approach is used. The éa(ﬁation for the flux during
dead-end microfiltration with a constant pressure drop is[105]:

ok 6. Apt \
c Os Ap ) (7.5)

Jt)=Jo |1+

( ) ’ ( (¢C_¢S)770 Rgn
where Jis the permeate flux, R, isthe specific cake resistance, ¢, and ¢, are the particle
fraction in the bulk and in the cake respectively, Ap is the transmembrane pressure, 7, is
the viscosity of the particle-free medium and R,,, is the membrane resistance. The initial
flux Jy isgiven by:

A
JO == b
Mo Rm

(7.6)

When the cake resistance is the dominating resistance, the equation for .J (¢) as well as
the corresponding equation for V' (¢) reduce to power law functions of ¢, with slopes
of -0.5 and 0.5, respectively, in alog-log plot. Here, the values of 2. and ¢. need to
be determined from measurements. Since we cannot determine them independently, we
consider them as coupled parameters. A least squaresfit on the fluxes (no smoothing) was
carried out to assess R, and ¢.. The flux curve was again split into various stages. For
the latex and micellar casein suspensions, the stages comprise five particle layers from
2575, 75-12.5, 12.5-17.5, etcetera up to 42.5-47.5 particle layers thick. For the fat
globule suspensions, the stages comprise a one-particle thick layer, from layer 1 up to 12.
During cake filtration of monodisperse suspensions of rigid spherical particles, the values
for R, and ¢, are constant and pressure-independent. The specific cake resistance R, can
be estimated with the Carman-Kozeny equation, which is given by:

2 @2
R, = K(l_—;c)sc (7.7)
€C

where ¢, isthe void fraction of the cake, and S, is the solids surface area per unit volume
of solidsin the cake. For rigid spherical particles of radius r, the specific surface areais
S. = 3/r, the void fraction of arandomly packed cakeise. ~ 0.4 (so ¢.~ 0.6), and the
constant K isreported to have avalue of 5.0. For polydisperse suspensions, Thies-Weesie
and Philipse [106] developed the following equation:

5 C(1— ec)2 1
fe = e (14 402] (r)® (7.8)
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where C' is a constant with a value of 45, (r) is the number-averaged radius, and the
standard deviation o is equal to:

(12 — (1) .
e (79)

In case of compaction or compression, . and ¢. are not constant during filtration, but
increase with the amount of deposited particles. The increase of R, and ¢, reflect both
the properties of the newly deposited layer(s) and the changes in the existing layer(s).

Both for pore blocking and for cake filtration, and for every fit procedure, the 95%
confidence interval of the fit parameter was determined. Sometimes, this 95% confidence
interval was relatively large, for instance due to start-up effects or pressure fluctuations.
Therefore, it was decided to exclude values if the confidence interval was larger than +
50% of the fit parameter itself.

Fat content milk fat globule layer

For the analysis of the fat content of the milk fat globule layer, afiltration run was carried
out at atemperature of 5°C and a TMP of 2.2 bar. After the total suspension was filtered
and only acake layer of fat globuleswas left on the membrane, this cake layer is collected
and analysed with NMR. 'H-NMR experiments were carried out on a Bruker DRX500
spectrometer operating at 500.13 MHz. Spectrawere taken at 21°C, using 90° pulsesand
arelaxation delay of 30 s. Samples were prepared by dissolving 45 mg of the milk fat
samplein 1.5 g CDCIl; and separation of the chloroform layer by centrifugation at 14000
g for 5 min. The signa of residua CHCIl; was used as an internal reference. The fat
content was determined by comparing the intensity of the glycerol-C,H, resonance of
the milk fat sample with that of a butter sample with a known fat content.

7.3 Results

7.3.1 Latex suspensions

Figure 7.2 shows the collected permeate volume as a function of time for latex suspen-
sionswith 0.42 um particles. The order of therelation varied from 0.8 at the start, to 1.0 a
short time later and to 0.7 at the end of filtration. This indicates that the volume increase
is relatively fast at the start, accelerates slightly and then slows down gradually during
filtration. Because both pore blocking and cake filtration do not necessarily give constant
orders, it cannot be assessed where either mechanism prevails. Therefore, we applied our
differential cake analysis method to these datain order to determine the respective model
parameters.

For pore blocking as well as cake filtration, different stages of the flux curve are fitted.
Figure 7.3 shows the measured values together with the fitted model lines. Fits with the
pore blocking model are used for the first ten particle layers. These layers were formed
within 0.5 h. Due to start-up instabilities, the fit line for the first particle layer could not
be assessed, but for the others (up to particle layer 10) 5 has a value between 0.016 and
0.021 (Figure 7.4), and shows a tendency to increase dlightly with increasing number of
particle layers. The values are much lower than 1.0, indicating that the particles block
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Figure 7.2: Permeate volume versus time during MF (TMP 16 mbar) of a latex suspension
(0.42 um, 3*10759%).

the membrane rather inefficiently. This is probably related to the tortuous membrane
structure, which allows lateral flow of the fluid in the membrane structure. The flux
decline per formed layer isfairly equal.

The cake filtration model is fitted over atrgectory corresponding with 2.5 up to 47.5
particle layers. For the cake filtration model, . is shown in Figure 7.4, which is calcu-
lated for ¢, =0.6. The values of R, are slightly scattered. Except for the first 10 particle
layers of the 0.42 m particle, R, is found to be independent of the number of particle
layers. The mean values for R, are 8.2*10'5 (0.42 um particles) and 5.5¢10'* (0.60 um
particles) 1/m?. Thisiscomparable to the values predicted by the Carman-K ozeny mode!:
5.7¢10" (0.42 um) and 2.8*10' (0.60 um). The fact that the measured R, is slightly
higher than the predicted values can be attributed to particle polydispersity.

The differential cake analysis method thus enables us to analyse the evolution of the
cake properties during a filtration run. The constant value of R, indicates that no com-
pression or compaction occured, which is in accordance with expectations. The slightly
lower values of R, for the first 10 particle layers could indicate that the (pure) cake fil-
tration regime had not started yet, but that pore blocking is the prevailing mechanism.
This agrees with the constant values found for 3, and with the findings of Kosvintsev and
others [107], who found cake filtration for 12 and more particle layers.
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Figure 7.3: Comparison of measured flux and model lines according to the differential cake
analysis method. The symbols represent the measured flux (MF, TMP 16 mbar, latex 0.42 j1m,
3*10-69¢), the bold lines the fits of the pore blocking model and the normal lines represent
the fits of the cake filtration model.

7.3.2 Micellar casein suspensions
Pore blocking and cake filtration

Compared to MF of a 0.42 um latex suspension, the order at the start of filtration of a
micellar casein suspension is similar (0.8), whereas at the end a much larger part of the
curve follows an order of 0.7 (results not shown). This latter point indicates that the ratio
of cake resistance to membrane resistance was higher for filtration of micellar casein than
of 0.42 um particles, since the order is 0.5 for a negligible membrane resistance. It is
however not yet clear whether thisis an effect of the first particle deposition layers or of
later formed layers.

From the permeate flux decline (Figure 7.5), it is found that the flux decline was less
gradual than for latex particles. At the start, the flux decline was very fast, but slowing
down strongly after about 0.15 h. Thisindicates that the specific resistance of the deposit
isrelatively high. In order to investigate whether compaction or compression occurs, the
influence of TMP was determined as well by differential flux analysis.

The values for 3 are higher than for the latex particles (Figure 7.6), indicating that
the casein micelles block the membrane more effectively than the latex particles. No
clear effect of TMP on [ is observed. The more effecive blocking may be due to: 1) the
relatively large size of the micelles as compared to the pores, so that they do not enter
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Figure 7.4: Overview of the fit parameters 3 and R, (calculated under the assumption that
¢. =0.6) as a function of the amount of latex (0.42 and 0.60 .:m) deposited onto the mem-
brane during MF at a TMP of 16 mbar.

the membrane and occupy a maximum area on the membrane and 2) the high packing
density of the micellar casein layers. During the formation of the first seven particle
layers, 5 seems to increase dightly, while 5 decreases when 7-10 particle layers have
formed (TMP higher than 0.5 bar). The reason for this change is not totally clear, but it
may indicate a flux-dependent cake morphology.

The mean R, (12.5-47.5 particle layers) was 3.3¢10'® 1/m?, which is 400-600 times
higher than that of the latex particles (Figure 7.6). The Carman-Kozeny equation gives
9.4*10' 1/m?, so the measured value is approximately 35 times higher. No clear trend
is observed for R, as a function of number of particle layers or TMP, which indicates
that compaction or compression does not play a major role. The relatively high value for
R, may be caused by particle polydispersity but also by a change of the specific micelle
volume. Casein micelles are highly swollen particles which contain around 75% water.
The outer layer exists of a*“hairy” layer of hydrophilic x-casein tails, which is relatively
even more voluminous. Mechanical interparticle forces and hydrodynamic forces may
therefore lead to shrinkage and/or deformation of the micelles when present in a concen-
trated suspension, and thusresult in very dense layers. The shrinkage and/or deformation
may occur so quickly that no dependency of TMP or the layer thickness is observed in
the experimental parameter regime. Such a behaviour can be evident from the viscosity
at higher concentrations.

Therefore, the viscosity of micellar casein suspensions was measured as a function
of the concentration of casein at different shear rates (Figure 7.7). The casein volume
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Figure 7.5: Permeate flux as a function of time for UF of a micellar casein suspension
(0.0024%) at a TMPof 0.5, 1.0, 1.5 and 2.0 bar.

fraction was calculated with a voluminosity of 3 ml/g and ranged between 0 and 0.76.
The micellar casein suspensions were shear thinning; at a shear rate of 10 1/s, therelative
viscosity increased to about 17 and 13000 at casein volume fractions of 0.37 and 0.76
respectively, but at a shear rate of 1000 1/s, the relative viscosity was about 6 and 560 at
similar concentrations. In theory, at a concentration of 0.74, the viscosity as described by
the Eilersmodel has an asymptote, whereas the measured values increase more gradually.
These results indicate that micellar casein suspensions can be highly concentrated, but
that they also are very shear-sensitive. This can be due to a stress-dependent voluminos-
ity of the casein micelles, possibly in combination with attractive interactions between
the micelles. The viscosity measurements thus confirm our hypothesis that the specific
micellar volume may have decreased in a cake layer.

When micellar casein suspensions are filtered over the MF membrane, the flux decline
differs from that of the UF membrane (Figure 7.8). At the start of filtration, the flux
decline was less steep. This is also clear from the values of 5 (Figure 7.9), which are
smaller for MF, especially for the first particle layer. R, was about 10-35 times smaller
than for UF. Since the mean pore size of the MF membrane was about 3 times larger than
the size of the casein micelles, while the retention of casein micelles was verified to be
equal to 1.0, it is most likely that depth filtration was an important filtration mechanism
here. During depth filtration, casein micelles deposit in the internal pore structure of the
membrane, which apparently leadsto relatively small specific cake resistances, depending
on the filtration velocity. The low TMPs seem to correspond to low R.’s while the high
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Figure 7.6: Overview of the fit parameters 3 and R.. (calculated under the assumption that
¢. =0.6) as a function of the amount of casein deposited onto the membrane during UF at a
TMPof 0.5, 1.0, 1.5and 2.0 bar.

TMPs correspond to high R.’s. The results thus show that different membrane structures
can lead to large differences in flux decline, even for permeate fluxes of the same order of
magnitude, and that the membrane used has a big influence on the behaviour of the cake
layer formed.

7.3.3 Milk fat globule suspensions

During UF of milk fat globule suspensions, the order of the increase of permeate volume
versus time was again 0.8 at the start of filtration, comparable to that of latex and the
micellar casein suspension (results not shown). After about 0.2 h filtration, the order
decreased to 0.5, indicating cake filtration with negligibly small membrane resistance.

Theinitial flux decline was very fast for the milk fat globule suspension (Figure 7.10), as
is also reflected in the values for . (Figure 7.11). In spite of the relatively large mean
particle size of 3.6 um, R, has a value of 1-7*10'® 1/m?2, which is of the same order as
for UF of the micellar casein suspension. The Carman-Kozeny model for polydisperse
suspensions (Equation 7.8) predicts a R, of 1410 1/m?, so the experimentally found
R, is 9.0-47*10° times larger for the fat globules. On top of that, R, increased with
a factor 7 when the TMP was increased from 0.4 to 2.2 bar. The high values for RC,
together with the pressure dependency, point to compression of the cake layer, which can
be expected since milk fat is liquid at 45°C so the droplets can deform easily. Based on
the Laplace pressure, which is given by 2+/a (y=interfacial tension), it can be expected
that fat droplets start to deform at a pressure of 0.01-0.1 bar (y estimated at 1-10 mN/m).
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Figure 7.7: The effective viscosity (=nsuspension/Mwater) Of Micellar casein suspensions as a
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Although part of the TMP is present over the membrane itself, a TMP between 0.4 to
2.2 bar is expected to be sufficient for deformation of fat droplets. During filtration at
constant TMP, R, remained constant between 3 and 12 particle layers formed onto the
membrane, indicating that the deformation of the milk fat droplets did not vary with cake
height.

The values for the pore blocking parameter 5 are substantially higher than for casein
micelles. For the first particle layer, 3 has a value of about 1.3, which indicates that the
fat globules spread on the membrane surface. The value of 3 for the second layer is 0.4.
For the third layer, the value of 5 seems to exhibit a pressure dependency. These results
show a similar tendency as for R., i.e. that milk fat globules form very compact and
compressible particle layers at atemperature of 45°C.

The flux curves for UF of milk fat globule suspensions at a temperature of 5°C are
presented in Figure 7.12. Due to the 2.6-fold higher viscosity, the permeate fluxes are
lower than at 45°C. Theflux declineisagain very fast, and R, was found to be even higher
than at 45°C (Figure 7.13). Due to its dependency on TMP, R, varied between 4*10'®
1/m? at a TMP of 0.8 bar and 8*10'® 1/m? at a TMP of 2.2 bar. The dependency of R,
on TMP is however much less than at 45°C. Especially at the lowest TMP values, R, is
higher than at 45°C. The fat content of the milk fat globule layer, as analysed with NMR,
was 76%. When both the particle polydispersity and the fat content of 76% are taken into
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Figure 7.8. Permeate flux as a function of time for MF of a micellar casein suspension
(0.0024%) at a TMP of 16, 24, 40 and 60 mbar.

account, according to Equation 7.8, the calculated value of . is1.1*10'® 1/m2, which is
about 7 times higher than when the fat content is 0.6. This can however still not explain
the difference with measured values.

The values for [ are dlightly higher as well and exhibit a similar trend as for 45°C.
Based on the fact that about 50-60% of the milk fat iscrystallised at 5°C [108], one would
expect that the milk fat globules are less deformable and form less compressible particle
layers. This does not appear to be true. On the other hand, it is known that partly crys-
tallised fat globules can easily coalesce when they are brought together. This phenomenon
is often referred to as partial coalescence [109], and leads to the formation of a network
of fat crystals, “glued” together by liquid fat. Partial coalescence is known to occur for
instance during the whipping of cream and the churning of butter. Our hypothesisis that
partial coalescence occursin the cake layers at 5°C, and that this has a negative effect on
the permeate flux.

Thedifferential flux analysis method proved to be avaluable method for the eval uation
of time-dependent behaviour of particle deposition layers from micellar casein and milk
fat globule suspensions, which are relevant inputparameters for process design.

7.4 Conclusons

In order to analyse the properties of particle depostion layers on membranefilters, adiffer-
ential method is applied, which gives an estimate of the properties per layer of particles
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Figure 7.9: Overview of the fit parameters 3 and R.. (calculated under the assumption that
¢. =0.6) as afunction of the amount of casein deposited onto the membrane during MF at a
TMP of 16, 24, 40 and 60 mbar.

deposited onto the membrane. This enabled the independent assessment of model pa-
rameters of the pore blocking and the cake formation mechanism and alowed for the
detection of compaction or compression during the filtration run. Differential analysis
of deposition layers of latex particles revealed that these did not exhibit compaction or
compression and that the specific cake resistance agreed fairly well with that predicted by
the Carman-Kozeny equation.

The behaviour of casein micelles and milk fat globules was found to differ strongly
from that of ideal hard spheres. This can for example be concluded from the specific
cake resistance, which was in general much higher than predicted by the Carman-Kozeny
equation. For UF of micellar casein, no compaction or compression is observed in the
pressure range studied, but high specific cake resistances are found. Thisis probably due
to the formation of very compact layers. For a membrane with a much larger pore size
(0.3 um), the specific cake resistance was about 10-35 times lower than for UF, which
can be ascribed to the formation of particle layers into the membrane rather than on the
membrane. Virtually all casein micelles were retained by the membrane.

The behaviour of milk fat globules differed substantially from the micellar casein. For
temperatures of 45°C (at which milk fat is liquid) as well as 5°C (at which 50-60% of
milk fat is crystallised), the value of  for the first particle layer was higher than one,
which probably indicates that the fat globules spread on the membrane surface. The
values of 3 for the second and third layer were again higher than for micellar casein. At
45°C, compression was found, such that the specific resistance increased 5 times upon an
increase of TMPfrom 0.4t0 2.2 bar. At 5°C, compressionwas|essintense, but the specific
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Figure 7.10: Permeate flux as a function of time for UF (T 45°C) of a milk fat globule
suspension (0.12%) at a TMP of 0.4, 0.8, 1.2 and 2.2 bar.

resistance was similar to that found at the highest pressures for 45°C. This, together with
thevery high valuesof 3, pointsto partia coalescence, leading to anetwork of fat crystals,
“glued” together by liquid fat, comparable to what is also seen during the whipping of
cream and the churning of butter.

A genera conclusion is that the properties of the cake layer depend not only on the
properties of the feed suspension and the operating conditions, but on the type of mem-
brane as well.

Differential cake analysis proved to be a valuable method for the evaluation of con-
centrated particle layers and can be used as a method to identify characteristic parameters
of these particle layers. The generated knowledge is not only relevant for the design of
membrane filtration processes but also of other systems where concentrated suspensions
are used.
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A new computer ssimulation model is proposed for suspension flow in microfiltration
systems. In this model, the diffusion of the suspended microparticles is governed by the
mechanism of shear-induced migration. Using an Euler-Euler gpproach, hydrodynamics
and convection-diffusion are simultaneously resolved according to the L attice Boltzmann
method. The new suspension flow model allows the complete solution of the flow field
(including calculation of the actual local shear rate) in systems with complex geometries
and the gpplication of a pressure gradient over the feed flow channel as well as over the
membrane. The cake layer dimensions and permeability are explicitly taken into account.
For a smple cross-flow system, a comparison is made between the new suspension flow
model and existing models. The more redlistic goproach of the suspension flow model is
found to be especially significant for the calculation of the cake layer profile at the be-
ginning and the end of the membrane. Also the effect of narrowing of the flow channel
by cake formation on the suspension flow pattern (at a constant pressure gradient over
the flow channel) is more realistically predicted. Finally, some examples are presented
of the concentration polarisation and cake layer formation in microfiltration systems with
more complex geometries. The newly developed suspension flow model has generic ap-
plicability as a design tool for microfiltration membranes, systems and processes. Ex-
tensions of the model to three-dimensional systems (including parallel computations), as
well as adaptations of the diffusion model to anisotropic diffusivity can be relatively eas-
ily achieved.

8.1 Introduction

The performance of microfiltration processes is in general mainly determined by con-
centration polarisation, which arises from the simultaneous transport of non-permeable
species towards and back from the membrane surface. Modelling of flow and concentra-
tion polarisation in microfiltration systems is already often put forward as an important
tool to help understand and optimise these systems. Although numerous filtration models
of varying degrees of complexity and simplification have appeared in literature, most of
them do not apply for microfiltration, due to the different diffusion mechanism in partic-
ulate suspensions as compared to molecular solutions.

As has been identified by Belfort and others [10], for particulate suspensions with
particle sizes between 0.5 and 30 m, shear-induced diffusion can often be considered
the relevant back-transport mechanism in the concentration polarisation process. Other
back-transport mechanisms are Brownian diffusion and inertial lift, which are respec-
tively dominant for particle sizes smaller than 0.5 um and larger than 30 um. This paper
addresses modelling of flow and concentration polarisation in the shear-induced diffusive
regime. Shear-induced diffusion, also called hydrodynamic diffusion, isatransport mech-
anism that is caused by hydrodynamic particle interactions in a suspension in shear flow.
Excluded volume effects can then lead to particle displacements. In contrast to inertial
lift, whichis only relevant in the regime where the Reynolds number based on the particle
sizeis not negligible, shear-induced diffusion occurs in the slow laminar flow regime as
well. A general property of shear-induced diffusionisthat it increases proportionally with
the shear rate.
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About two decades ago, shear-induced diffusion was first introduced in relation to mi-
crofiltration theory by Zydney and Colton [110]. Their concentration polarisation model
is based upon the classical Léveque solution for mass transfer in which they replaced the
Stokes-Einstein diffusivity with the shear-induced diffusivity, as determined from exper-
imental data of Eckstein and others[14]. In the same year as Zydney and Colton, Davis
and Leighton presented a model that describesthe transport of a concentrated layer of par-
ticlesalong a porous wall under laminar flow conditions[7]. In thismodel, shear-induced
diffusion accounts for the lateral migration of particles away from the porous wall. In-
stead of the approximatefit to the data of Eckstein and others, Davis and L eighton applied
data of Leighton and Acrivos[64] for shear-induced diffusion, which were about 25 times
greater and were shown to better describe the viscous resuspension of a settled layer of
rigid particles in shear flow.

Romero and Davis [8] extended the model of Davis and Leighton from alocal treat-
ment of the particle layer to a global model of crossflow microfiltration. This global
model is able to predict the axial dependence of the permeate flux and the thickness of
the concentrated particle layer under steady or quasi-steady operation. The model also
describes under which conditions a stagnant layer of packed particles exists beneath the
flowing layer. In afollowing step, the global model was converted into atransient model,
which not only describes the steady-state behaviour but aso the time-dependent decline
of the permeate flux due to particle layer buildup [9].

In the aforementioned models, particle convection parallel to the membrane wallswas
ignored. As aconsequence, the models are only valid for very small particle volume frac-
tionsin the bulk of the suspension ¢,,. Davis and Sherwood overcame this limitation in
their similarity solution for crossflow microfiltration under conditions where the stagnant
particle layer provides the controlling resistance to flow [81]. In their solution, the stag-
nant particle layer grows like 2!/, where = denotes the dimensionless distance from the
filter entrance. Their solution is however only valid in the situation that the critical length
needed for the stagnant layer to form is much smaller than the filter length. Pelekasis de-
veloped a model which does not have this limitation [111], although his solution is only
valid in situations where the permeate flux can be considered constant over the membrane
length. Thismodel isvalid over awide range of bulk particle concentrations. It is shown
that in the limit where the particle volume fraction in the bulk suspension ¢, — 0, the
model of Davisand Leighton is recovered.

All the abovementioned models have in common that they assume the bulk flow to
be fully developed Poiseuille flow with a time-independent flow rate. Thisis valid for
a straight flow channel, when the permeate velocity is much smaller than the average
downchannel velocity of the suspension and when the stagnant layer is much thinner than
half the channel width. These conditions are often not met in redlity. First of all, the
flow channel may deviate from perfectly circular or rectangular, e.g. when turbulence
promotors are present. Secondly, when suspensions are filtered with particles that have
arelatively low cake resistance, the cake layer height can become sinificant compared to
the channel half width. Poiseuille flow can still be considered present when the cake layer
height does not vary much along the filter length (and the actual flow velocity profile can
be adapted to the actual channel height). The flow pattern can however easily deviate
from Poiseuille flow when the cake layer height strongly varies along the filter length,
like e.g. at the beginning and at the end of the filter. Thirdly, the flow pattern can also
be time-dependent, such as when oscillating cross-flow or backpulsing is applied. One
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should moreover realise that, in contrast to Brownian diffusion, shear-induced diffusion
depends linearly on the shear rate. Local deviations of the flow field from Poiseuille flow
will therefore have alarge influence on the local morphology of the flowing and stagnant
particle layer.

This indicates that a more generic model with broad applicability to membrane sys-
tems requires an accurate, more detailed solution of the fluid flow field. Thisis possible
with computational fluid dynamics (CFD). So far, this technique is not often applied to
membrane systems. Recently, Wiley and Fletcher [112] succesfully developed a generic
CFD model that incorporates the flow across the membranewall. Intheir article, they also
reviewed earlier attemptsin thisfield, which in general lead to less generic solutionsthan
their model. Another recent approach is that of Richardson and Nassehi [113]. These
authors devel oped afinite element model for the solution of concentration profilesin flow
domains with curved porous boundaries. Although both models may be extensible to
modelling of concentration polarisation in microfiltration processes, with shear-induced
diffusion as back-transport mechanism and with cake layer formation, up to now no re-
sults on this subject have been published.

The present work is directed at the development of a CFD model for flow and con-
centration polarisation in microfiltration systems with shear-induced diffusion as back-
transport mechanism. We apply the Lattice Boltzmann (LB) method for this aim, which
Is based on kinetic theory, the physical theory describing the dynamics of large systems
of particles. The LB method, being a discrete version of the Boltzmann equation, isin
special cases identical to the finite volume scheme as used by Wiley and Fletcher [112].
Both methods can be applied for laminar as well as turbulent flows. The LB method
may however have some advantages when compared to other finite difference schemes.
Complex geometries can be quickly set-up and easily used in the LB method, while in
other methods, the use of complex geometries is amajor issue. The LB method is also
very convenient for systemswith moving boundaries and multiphase systemssuch asfluid
flow with suspended particles. In the present work, this may be relevant for the simulation
of rapidly growing, flowing and stagnant layers. Finaly, LB schemes can be very easily
implemented on a parallel computer, which facilitates computations of large systems.

Although the LB simulations can be easily carried out in three dimensions, as a first
step, the present work presents results on two-dimensional (2D) systems. In order to val-
idate the model, the simulation results are compared with results of approximate models
when appropriate. Hereafter, the effects of some variationsin the geometry on the flowing
and stagnant particle layers and the resulting flux will be shown.

8.2 Computer smulation method

8.2.1 Suspension flow model

The suspension flow model is based on an Euler-Euler description of the system, in which
both the hydrodynamics and the suspension flow are completely resolved. The hydrody-
namics are calculated according to the continuity and Navier-Stokes (NS) equations:

dp
o Vo
0
P fu-ypu = —vptvyiput F (8.1)

ot
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where — <7 p is the pressure gradient and £’ is the body force. The LB method solves
the NS equation for weakly compressible conditions, therewith behaving as a pseudo-
compressible scheme [114]. An advantage of this approach is that the Poisson equation
does not need to be solved for the pressure. For the calculation of the NS equation, the
kinematic viscosity v (= n/p, with n representing the dynamic viscosity) of the fluid
needs to be known. In our suspension flow model, we took into account that the viscosity
n depends on the local concentration of suspended microparticles. Hereto, a model is
used that is also applied by Romero and Davis|[8]:

n(@) =mo |1+ 15#)] (8.2)

(1-35

where ¢ represents the particle volume fraction and 7, the viscosity of the particle free
medium. In our suspension flow model, the feed for the microfiltration process consists of
a particulate suspension with particles of a size between 0.5 and 30 pm. These suspended
particles are described as a component that is continuously distributed in the fluid. Their
distribution over the system is calculated according to the convection-diffusion equation:

0

2 tu-vo=Dv 83)
The velocity field u is calculated according to the NS equation. In our ssimulations, the
diffusion coefficient D represents the shear-induced diffusion coefficient, following the

shear-induced migration model of Leighton and Acrivos[8, 64]:

D = 0.339a°¢* (1 + 0.56*%?) (8.4)

where + is the shear rate and « is the radius of the suspended particles. Both the vis-
cosity n and the shear-induced diffusivity D are treated as time and location dependent
variablesin our suspension flow model. In order to resolve the NS equation as well asthe
convection-diffusion equation the LB method is followed, which is explained in the next
two paragraphs.

8.2.2 Lattice Boltzmann method for hydrodynamics and convection-
diffusion

For ageneral introduction to the LB method, we refer to Succi [34]. Inthisarticle, we will
explain relevant aspects of our method, without going into much detail. Hydrodynamics
and convection-diffusion were solved with two separate LB schemes. Here, we will first
introduce the LB method for the case of hydrodynamics.

The LB method discretises kinetic theory by collecting fluid mass in discrete lattice
gas particles, locating these particles on points of aregular lattice and moving the particles
according to afinite, discrete set of velocities, taking them to adjacent lattice points. Asa
consequence of this discretisation procedure space, time and particle velocity are discrete
variables. Physical quantities are represented by moments of a particle distribution func-
tion, in contrast to finite volume schemes, where physical quantities are represented by
continuous fields. The lattice gas particles behave like real particles. they move and col-
lide on the lattice. Collision occurs when particles encounter each other at a lattice point.
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After collision they move to adjacent lattice points. If thisis done within the constraints
of physical conservation laws and with a lattice with sufficient symmetry, real physical
phenomena can be modelled this way.

In analogy with the Boltzmann equation of the classical kinetic theory, the state of the
particles on a lattice point is characterised by the particle distribution function f;(x,t) ,
describing the average number of particles at a particular node of the lattice x, at atime
t, with the discrete velocity c;, which brings the particles in one time step to an adjacent
lattice node. In the simulations described in this paper, the hydrodynamics were solved
with a D2Q9 LB scheme, which is defined on a 2D square lattice with rest particles and
8 non-zero particle velocities. The velocity directions link lattice sites to its nearest and
next-nearest neighbours. The velocity vectors on this 2D |attice are defined as:

(0,0), i =0
¢ =1q (cosSim,sinSir), i=1,2,3,4 (8.5
ﬁ(cos(%w—k%),sin(%w—k%)), 1=5,6,7,8

The particle distribution function contains information on physical properties of the
fluid. The hydrodynamic field’s mass density p, momentum density j, and the momentum
flux density II, being identical to the field's in the NS equation, are moments of this
velocity distribution:

p= Z fi,i= Z fici, II = Z ficici = pc3 ¢l + puu = pl + puu (8.6)

The lattice gas particles evolve by collisions and subsequent propagation to neighbouring
lattice sites. This two-step process is described by the following equations:
/ i Xat - ieq Xut CiocFOc
fct) = ey - LD S0 Ge &)

Tf Cs,f
filx + Axi t + A1) = fl(x,1) (8.8)

Here f!(x, t) isthe post-colllisional distribution function. The lattice spacing isdefined as
Ax; = ¢;At. F isthe body force and the speed of sound c ¢ is defined by ¢Z; = ¢*/3. In
our simulations, we applied the BGK model [37, 57], which is a simplification of the full

LB model. In this BGK model, the distribution functions are ssmply relaxed at each time
step towards the local equilibrium distribution f%(x, ¢t) with the relaxation time 7¢. This
relaxation time 7 controls the relaxation of the viscous stress in the fluid and is linked to
the kinematic viscosity v via:

1
v=c | m—=) At (8.9)
b,f 2

In our simulations ¢, and therewith the kinematic viscosity v (= 1/ p) of the fluid on each
lattice point was dependent on the local particle concentration, according to Equation
(8.2). The equilibrium distribution f:"/(x, t) is chosen such that the weakly compressible
NS equations (8.1) are obtained [36]. It can be expressed as a series expansion in powers
of the flow velocity u:

1
[f=pwi(l+ Fu-c+ ) (8.10)

4
Cs,f 2Cs,f
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where uu is the traceless part of uu, and the double dot product isdefinedas A : B =
Zaﬁ A,3Bs.. The weight factors are given by wy =4/9, wy; = ws = ws = wy; =1/9and
wy = wy = wg = wg =1/36.

The computation schemefor convection-diffusion hasa strong anal ogy with the scheme
for hydrodynamics. The particle distribution function g;(x, ¢) now contains information
on physical properties of the diffusive component, in our case the suspended particles. For
reasons of clarity, we will refer to fluid particles for the lattice gas particles in the hydro-
dynamics scheme and to suspended particlesfor thelattice gas particlesin the convection-
diffusion scheme. The relevant continuum field derived from the | atter scheme represents
the concentration of suspended particles ¢:

6= g (8.11)

The relaxation parameter in the collision operator of the convection-diffusion scheme is
not related to the kinematic viscosity v but to the diffusion coefficient D:

1
D= cig (Tg — 5) At (8.12)

Here, the speed of sound ¢, is also defined by ¢, = ¢*/3. In our simulations, this
diffusion coefficient D represents the shear-induced diffusion coefficient, according to the
shear-induced migration model of Leighton and Acrivos [64], which isgiven by Equation
(8.4). Since the diffusion coefficient is dependent on the time and location dependent
variables 4 and ¢, it is recalculated every timestep at every lattice point. The shear rate
4 is calculated from the diagonal vectors of the non-equilibrium part of the distribution
function according to [115]:

2 1=8

e .
7fp7 = CinCiy (fi — f) (8.13)

w -
=0

Because we considered the diffusion to be isotropic, the absolute value for 4 was used for
the calculation of the shear-induced diffusivity D. More recent investigations have shown
that shear-induced diffusion is not an isotropic process, but that the diffusivity depends
on the direction relative to the shear field (see e.g. [19, 27]). Moreover, improved models
have become available for shear-induced migration (see e.g. [16]). Our model can be
easily adapted to implement such modifications of the shear-induced diffusivity models.
We do however not expect that taking into account anisotropy will have a large effect,
since convection is strongly dominant along the flowlines.

Typical for the LB scheme is that the resulting finite difference equation for the evo-
lution of ¢ isidentical to the Lax-Wendroff (LW) finite volume scheme in case of 7,=1
[116]. Both the LW and the LB scheme automatically correct for numerical diffusion,
for the LB scheme as a consequence of the constraints for the equilibrium distribution.
If 7, # 1, spurious oscillations, which are present in the LW scheme, are damped in the
LB scheme. The LB scheme therewith behaves like a third order accurate scheme (for
7, # 1) [116].

In order to have stable calculations, stability criteria have to be met. In the hydro-
dynamics scheme, the grid Courant number Cr, which is a measure for the relative flow
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velocity on the grid, should meet the following condition:

ult

Cr = Az

<1 (8.14)

Also the compression of the medium should be sufficiently small, such that the Mach
number Ma:

Ma= 2 «1 (8.15)
Cs t
The abovementioned conditions are met by a proper choice of the model parametersin
our system. For the convection-diffusion scheme, the criteria for the diffusivity need
some more attention because of the variation of the diffusivity with the shear rate and
the concentration of suspended particles. The Fourier number Fo* is a measure for the
diffusion velocity on the grid:

Fo* = <05 (8.16)

Ax? —
We have chosen our model parameters such that even when D is maximal in our system,
this condition is met. Also the ratio between convection and diffusion is subjected to a
stability condition. The timescale of diffusivity needs to be sufficiently fast compared to
convection, which isreflected in the grid Peclet number Pe*:

_uA:p
D

Because the LB method behaves as athird order accurate scheme, the limiting value can
be higher than the common value of 2. We have estimated the value of 25 ourselves by
carrying out simulationswith different maximal valuesfor Pe*. When Pe* >25, spurious
oscillations were sometimes found, leading to anomalous results. Because of its depen-
dency on the shear rate and the concentration of suspended particles, the shear-induced
diffusivity D can strongly vary in our system. In order to meet the condition for Pe*, the
value of Pe* was calculated at every time-step and at every node of the lattice. When the
condition Pe* <25 was not met, the diffusivity was locally adjusted such that Pe* =25.
The consequence isthat D cannot become zero (as e.g. in the center of the flow channel,
where the shear rate is equal to zero), but has a certain minimum limit, depending on
the actual flow velocity u. When u is relatively high, such as in the center of the flow
channel, the minimum limit for D isalso high. In our system, the maximal flow velocity
in the channel and therewith the shear rate at the wall was so high, that D did not need to
be adjusted in the largest part of the concentration polarisation layer. Only in the center
area of the flow channel with relatively high flow velocity and where the concentration
of suspended particles ¢ was lower than about 0.10, might the diffusivity be set dightly
higher than according to the shear-induced migration model. The effect of this correction
on the ssimulation results was however found to be negligibly small.

Pe*

<25 (8.17)

8.2.3 Initial and boundary conditions

In figure 8.1, the geometry of the microfiltration system is depicted. Its geometry and
dimensions are inspired on the newly emerging class of micro-engineered membranes,
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Figure 8.1: Lay-out of the 2D micrdfiltration system. Black lines indicate solid walls,
whereas grey lines indicate pressure boundaries. A detailed description is given in the text.

called microsieves[31]. Thefeed side consists of arectangular flow channel with alength
L of 90 pm and aheight 2H, of 36 pm.

A cross-flow isinduced by a pressure gradient (pi, — pout )/ L 0over the channel of 3.0
Pal;sm, which results in U=0.32 m/s and .11, 0=54000 s~*. The permeate side consists
of arectangular box with a width L of 90 ym and a height H,, of 2.4 um. At the wall
underneath the membrane, a constant pressure is applied, such that the average TMP was
1780 Pa. The feed and the permeate side are separated from each other by awall with a
thickness §,,, of 1.2 um. From the flow inlet side (left) up to the flow outlet side (right),
thiswall consecutively consists of 15 ym solid wall, 45 m membrane and 30 m solid
wall. The membrane resistance R, was 1.62* 108 m~!. The feed suspension contained
particles with aradius a of 2.5 ym in a volume fraction ¢ of 0.05. The viscosity ;. and
specific cake resistance R, were cal culated according to Equation (8.2) and (8.23). At the
inlet and the outlet of the flow channel aswell as at the permeate side, pressure boundary
conditionsare applied. Thisisdone following the method proposed by Zou and He [117].
The pressure is kept constant at these boundaries:

p (l’ = O) = DPin; p (fL‘ = L) = Dout; p (y = 0) = Ppermeate (818)

The transmembrane pressure (TMP) isdefined as the pressure difference between the flow
channel and the permeate side at a position halfway the membrane (x = L) and, when
assuming alinear pressure gradient, is given by:

L
TMP = Pin — fo (pm - pout) - ppermeate (819)
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For the suspended particles, boundary conditions with a fixed inlet concentration and a
free outflow are applied at these boundaries, according to:

09 (x = L)

6 (x=0) =g =

=0 (8.20)
There is no need for a boundary condition for suspended particles at the permeate side
(y=0), since a no-flux condition is applied at the membrane. At the solid walls at the top
side of the feed side and at the left and right side of the permeate side no-slip conditions
are applied to the fluid. The suspended particles are subjected to a no-flux condition at
these boundaries.

The geometry is divided into afeed and a permeate side by the presence of a horizon-
tally placed membrane. The membraneis placed between two solid walls at the beginning
and the end of the flow channel. The suspended particles are fully retained by the mem-
brane, by application of no-flux conditions. For the fluid, the membrane is described as
a porous medium. The fluid experiences a hydraulic resistance when passing the mem-
brane, because part of the fluid is retained. Hereto, abody force F' is applied on the fluid
when passing the membrane, following Darcy’s law:

F—__ (8.21)

K membrane

The coefficient K, emprane 1S dependent on the membrane resistance R,,,, the membrane
thickness ¢,,, and the viscosity of the fluid phase, according to:

1 Ry,

— =n— 8.22
Kmembrane " 5m ( )

During filtration, a high concentration of suspended particles may be reached at the
membrane surface, which may subsequently lead to the formation of a stagnant cake
layer. Suspensions with monodisperse, hard spherical particles form a cake layer when
the concentration reaches a value of 0.60. This cake layer behaves as a porous medium;
suspended particles are fully retained by the cake, while the fluid experiences a flow
resistance. In our simulations, this process of cake layer formation is smulated in a
similar way. When the concentration of suspended particles locally exceeds a value of
0.60, the respective lattice point is described as a porous medium, in a similar way as
the membrane. No-flux conditions are applied for the suspended particles, while the fluid
experiences a body force as given by Equation (8.21) with the coefficient K ... This
coefficient is chosen such that the Carman-Kozeny relation is obeyed:

1 ;O (1—e)* 82
Kcake e 7

= (8.23)
The Carman-Kozeny relation describes the specific cake resistance of a monodisperse,
non-compressible cake with porosity .., specific surface S. = 3/a and constant C'. Ran-
domly packed cake layers normally have a porosity . ~ 0.4, while the constant C' ~ 5.
Not only the stagnant cake layer, but aso the flowing concentrated layer can be consid-
ered a porous medium. In general, the flow resistance of this layer is negligibly small.
Therefore, we have neglected this effect, asis usual in MF modelling [10].
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Theinitial conditionsof the simulationsare consistent with afully devel oped parabolic
velocity profile for the fluid particles in the flow channel, following Poiseuille type flow
by a downchannel pressure gradient:

_d_p _ 377on
dz H?

(8.24)

where n, isthe viscosity in the bulk of the suspension, U, isthe average flow velocity, H,
is the channel half width. The concentration of suspended particles in the flow channel
was initially equal to the bulk concentration. At the permeate side of the membrane, the
initial velocity of the fluid particles as well as the concentration of suspended particles
was equal to zero.

8.3 Reaults

8.3.1 Simulation of microfiltration with the suspension flow model

In this section of the paper, we will first present results of the suspension flow model
on the effect of transmembrane pressure. In this way, the development of the permeate
flux in time is analysed at conditions with and without the presence of a cake layer. It
is also investigated whether a steady-state situation occurs. The suspension flow model
is compared with the existing model of Romero and Davis [8] and Davis and Sherwood
[81], in order to validate our model. This comparison is made on basis of the position-
dependence of the flux and cake layer thicknessin the steady-state regime so asto analyse
the differences in cake layer profile along the membrane between the different models.
To make comparison with the similarity solution of Davis and Sherwood possible, the
simulations were carried out in the regime where the cake layer is thin compared to the
channel height. Finally, we will step from a simple cross-flow system to systems with a
more complex geometry, in order to illustrate the advanced possibilities of the suspension
flow model compared to existing models. As examples of systems with a more complex
geometry, simulation results of the steady-state flux will be presented of a system with
a discontinuous membrane, a system with flow barriers and a system with a corrugated
membrane. The permeate flux J in the ssimulation results is equal to the fluid velocity
u underneath the membrane. The length-averaged flux (J) is the average permeate flux
over the length of the membrane.

8.3.2 Effect of transmembrane pressure on flux and cake layer for-
mation

In figure 8.2, the development of the length-averaged flux (.J) in timeis shown for differ-
ent transmembrane pressures (TMP). The initial flux increases proportional to the TMP.
At a TMP of 1180 Pa, the flux (.J) remains constant in time. Here, the transport of
suspended particles towards the membrane istoo low to cause cake layer formation. At a
TMP of 1780 Paand higher however, theflux (/) declinesin theinitial phase, but reaches
a steady-state at about 0.01 s. Figure 8.2 also shows the flux at t=0 as calculated from the
membrane resistance and TMP (=flux particle-free medium J;). This makes clear that the
cake formation process does not start immediately at t=0, but about 1 mslater. Thisisdue
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Figure 8.2: The length-averaged flux as a function of time for a transmembrane pressure of
1180, 1780, 2980 and 4180 Pa. Other system parameters as in figure 8.1. The calculated
values for Jy are depicted as circles on the Y-axis.

to the time required to develop the concentration polarisation profile. The steady-state
concentration distribution near the membrane is presented in figure 8.6.

In accordance with the fluxes in figure 8.2, it can be seen that the cake is thickest at
the highest TMP (4180 Pa), namely 5.7 m, while no cake is formed at a TMP of 1180
Pa. The cake gradually increases in thickness along the membrane, reaches a maximum
thickness at about 2/3 of the membrane length and then decreases to a thickness of zero at
theend of the membrane. The cake at the end of the membraneis steep. The concentration
polarisation layer follows more or less the shape of the cake layer. It has a thickness of
about 5 um, whichisequal to 1 suspended particle diameter in thiscase. It can be seen that
the concentration change is relatively fast at low particle concentrations, which resultsin
asharp transition from concentration polarisation layer into bulk phase. This effect isdue
to the dependence of the shear-induced diffusivity on ¢, and is different from Brownian
diffusion-dominated concentration polarisation. Behind the membrane, the concentration
polarisation layer disappears only very gradually. The difference between the length-
averaged steady-state flux (Ji;) at 1780 and 4180 Pa (see also figure 8.3) can mainly be
explained with the relative length of the cake-free zone at the beginning of the membrane,
but differences in the cake-morphology at the end of the membrane and the narrowing of
the flow channel by the cake formation may also have some effect.

At lower TMP, the length of the cake-free zone is relatively long so that in a large
part of the membrane the maximum particle concentration at the membrane wall has not
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Figure8.3: Length-averaged steady-state flux as afunction of transmembrane pressure. Also
indicated is the calculated line for the nominal flux (.5). System parameters asin figure 8.2.

reached the value of 0.6, which leads to less back-transport of suspended particles and
therewith to a lower steady-state flux. At higher TMP, the cake-free zone disappears
completely (which is contrary to the model of Romero and Davis). In this regime, the
difference in cake height can also contribute to the difference in steady-state flux (J).
We can take the situation at a TMP of 2980 Pa as an example. Here the maximal thick-
ness of the cake is 3.0 um, which is about 8% of the total channel height. The pressure
gradient Ap over the channel is kept constant, so if we assume that the channel height has

decreased with 8% over the total channel length, the crossflow velocity U will decrease
according to:

L 1
Ap=f-— =pU? (8.25)

Dy 2
where f isthefriction factor, L thelength of the flow channel, D,, the hydraulic diameter

and p is the fluid density. Since it follows that the velocity only decreases with a factor
v/0.92 = 0.96, it becomes clear that according to:

2Uy
= 8.26
HO ( )

;Ywall =

the shear rate at the wall 4,.; will be raised locally with about 4% by the presence of
the cake layer (compared to the situation without a cake layer). This higher shear rate
can cause athinner concentration polarisation layer and faster particle back-transport (a
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higher shear-induced diffusivity), therewith resulting in a higher steady-state flux (J).
This behaviour results in a steady-state flux (/) as a function of TMP as presented in
figure 8.3. At low TMP, no cake layer isformed so that the flux follows the linear trend
for the particle-free medium. At a TMP of 1780 Pa, a cake layer starts to be formed, so
that the flux (J) levelsoff and becomes almost constant at a TMP of 3600 Pa.

These results show that the suspension flow model is not only able to simulate the
flux and cake layer formation in time, but also the dependence on TMP. Thisis not only
possiblein the limits of infinitely thin cake layers or infinitely small flux decline, but also
in transient regimes, as described in the model of Romero and Davis |8, 9].

8.3.3 Position-dependence of flux and cake layer thickness

The suspension flow model incorporates a number of factors that are neglected in the
model of Romero and Davis [8], such as 1) the variation of TMP over the length of the
membrane, 2) the fully resolved velocity field following NS and 3) the axial migration
of suspended particles between the bulk phase and the concentration polarisation layer
(which e.g. enables the calculation of the dispersion of the concentration polarisation
layer at the end of the membrane). In this paragraph, we will analyse which differences
this brings about for the cake layer thickness and the flux. In the situation of an infinitely
thin cake layer, and for a distance along the membrane = > x.., where z., is the length
of the cake-free zone at the beginning of the membrane, Romero and Davis predict that
the steady-state flux decreases a ong the membrane with the distance x, as given by:

. ~1/3
J () = Ty - F @ aa) + 1} (8.27)
2 Ter
where .J, isthe nominal transmembrane flux (=flux of particle-free medium). According
to the similarity solution of Davis and Sherwood [81], under the conditions of ¢,, <0.1,
cake-dominated resistance and L > x.,., the length-averaged flux (/) is given by:

¢c ' a4 e
(Jos) = 0.072 + Awanro < on Lm) (8.28)
where Jyan,0 1Sthe nominal shear rate at the wall, ¢, the bulk particle volume fraction and
L, isthe total membrane length. For the particle volumefractionin the cake ¢ (=1 —¢.)
avalue of 0.6 was taken in our calculations.

First, theflux J,, of the suspension flow model is compared with the model of Romero
and Davis (figure 8.4). The latter model does not take the pressure drop over the flow
channel into account, so that the flux Jg is equal to the flux of the particle-free medium
(at the average TMP) from the beginning of the membrane until the critical distance z..
Behind this point, the flux declines as predicted by Equation (8.27). In the computer sim-
ulations, conditions are chosen such that the cake layer did not become thicker than 10%
of the channel height, so that .1 can be considered constant in time. In the suspen-
sion flow model, the critical distance z., and the flux at the beginning of the membrane
are dependent on the total membrane length. This can mainly be ascribed to the vari-
ation of TMP over the length of the membrane; since the average TMP is similar, the
TMP at the beginning of the membrane is higher with longer membrane lengths. Due to
these differences in TMP, the flux J aso drops off more quickly for longer membrane
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Figure 8.4. Steady-state flux as a function of position along the membrane for total mem-
brane lengths between 90 and 360 um. Also indicated is the calculated line for the steady-
state flux as predicted by the model of Romero and Davis (Equation (8.27)). Other system
parameters asin figure 8.1.

lengths. At the end of the membrane, the flux exhibits a peak due to the dispersion of the
concentration polarisation layer.

In figure 8.5, it is shown how the length-averaged steady-state flux (J,;) depends on
the membrane length. For short membrane lengths, the difference between the suspension
flow model and the model of Romero and Davisisrelatively large. At amembrane length
of 90 um, the flux was almost 30% higher for the suspension flow model. The fluxes are
however practically the same at longer membrane lengths, indicating that differences in
cake layer formation between the models mainly occur at the beginning and the end of the
membrane. Thisis in accordance with our expectations, since axial convective transport
can be expected to be most relevant in these regions. With increasing membrane length,
thereisan increasing difference between the fluxes at different TMP. An increase of TMP
can apparently lead to a more than proportional growth of the cake layer with eventually
alower flux. This may be due to the decrease of the massflow rate ) (= 2U - Hy) through
the flow channel at higher TMP. The decrease of flux with increasing TM P does not agree
with the expected effect of narrowing of the channel as explained in paragraph 8.3.2, since
we then would expect an increase of .1 and therewith an increase of the flux as well.
As explained before, the effect of narrowing of the channel by cake formation will lead
to alower cross-flow velocity but a higher shear rate at the place where the cake layer is
at its highest point. At other places along the membrane however, where the cake layer
Is thinner, the cross-flow velocity U will even be lower, which, in combination with the
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Figure 8.5. Length-averaged steady-state flux as a function of membrane length. Also in-
dicated is the steady-state flux as predicted by the model of Davis and Sherwood (Equation
(8.28)). Other system parameters asin figure 8.1.

higher channel height, can now lead to a drop of the shear rate. Thus, at places along the
membrane where the cake layer height isless than maximal, the drop of the shear rate can
lead to a decrease of the flux J,,. Thislatter effect seemsto prevail in the smulationsin
figure 8.5.

The results in this paragraph show that for simple cross-flow systems with relatively
long membranes, our suspension flow model predicts cake layer profiles that converge to
the profilesthat are predicted by the model of Romero and Davis. Differences between the
predicted cake layer profiles mainly occur at the beginning and the end of the membrane,
resulting in a higher (J) for short membrane lengths with the suspension flow model.
Since the suspension flow model incorporates extra features as compared to the model
of Romero and Davis, the results of this model can be considered to be more accurate,
which is particularly relevant to systems with short membrane lengths and large variation
of TMP over the length of the membrane.

8.3.4 Micrdfiltration in systemswith different geometries

The solution of the flow field in the suspension flow model enables the calculation of
concentration polarisation in more complex flow geometries. In this paragraph we will
demonstrate some possibilities of the model by showing some examples. First, the effect
of the presence of separate pore fields will be demonstrated. In such a situation, pore
fields and solid walls alternate along the length of the membrane channel. Thiswill result
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in extra membrane beginnings and ends, where the flux is relatively high. The passage
of the concentration polarisation layer over a piece of solid wall will namely lead to a
(partial) dispersion, so that the flux at the start of the next membrane field will be higher
than without the presence of the solid wall. The division of a homogeneous membrane
into pore fields and fields with solid walls might be used as a means to optimise the
flux. The benefit of dispersion of the concentration polarisation layer and the presence of
repetitive membrane ends should then compensate for the diminished back-transport due
to the reduced wall concentration at the solid walls. The suspension flow model enables
an accurate flux prediction for these types of membranes. The presence of separate pore
fields can also be an intrinsic property of some membrane types, such as the so-called
microsieves [31], membranes prepared by micro-engineering which usually feature these
distinct pore fields. The mechanical strength of these ultrathin microsieves is dependent
on the sizeand division of the pore fields over the membrane surface. Here, the suspension
flow model can be used to find the optimal lay-out of the pore fields as determined by both
flux and mechanical strength.

In figure 8.7, the steady-state flux J is presented for a homogeneous membrane with
atotal length of 135 xm and for amembrane with the same total length, which is divided
into three evenly distributed membrane fields with alength of 33 xm and two solid walls
with a length of 18 um. It can be seen that the flux at the pore fields is clearly higher
for the subdivided membrane. The length-averaged flux (Js) (membrane length similar
to homogeneous membrane) is however about 5% lower. In this situation, the dimin-
ished back-transport is the dominant effect, which is unfavourable for the flux. In case
of microsieves, the mechanical strength will however improve much by this subdivision
[118].

The dispersion of the concentration polarisation layer might improve with the pres-
ence of flow barriers at the solid walls. Whether or not this will render a positive flux
effect is dependent on the trade-off between thisimproved dispersion on the one hand and
the decreased wall shear rate on the other hand. With the suspension flow model, we are
able to compute the effect of flow barriers. An exampleisgivenin figure 8.8.

Here, triangleswith aheight of 2.7 um were placed centrally on the solid walls. It can
be seen in figure 8.8 that the flux is hardly influenced by the presence of these barriers,
although their height exceeds the height of the cake layer. This might be related to the
microscal e of the flow barriers. Because the Reynolds number islinearly dependent on the
square height of the flow barrier, it will hardly be affected by the presence of these small
flow barriers. In figure 8.8, it can accordingly be seen that the flow barriers do not induce
flow disturbances such asvortices. On the other hand, because of the mechanism of shear-
induced diffusion, the wall shear rate has a large effect on the flux. The decrease of the
wall shear rate, due to an increased flow resistance of the flow channel, is the dominant
effect in this example, such that the length-averaged steady-state flux (.J.,) was about 3%
lower. Although more research is needed, this example might indicate that microscale
flow barriers are not effective for flux improvement.

Another possibility for ahigher flux would be the use of corrugated membranes. These
corrugations are expected to lead to a better dispersion of the concentration polarisation
layer and increased flow resistance, as for the system with triangles, but would also affect
the shear rate profile at the membrane wall for the total membrane length. More infor-
mation on the application of corrugated membranes can e.g. be found in [119]. In our
example, the membrane corrugations consist of triangles of membrane material, which
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Figure 8.6: Concentration distribution and flow field near the membrane in the steady-state
Situation for a transmembrane pressure of 1180 (a), 1780 (b), 2980 (c) and 4180 (d) Pa. Only
the part just above the membrane, with a height of 9.0 um is presented. The colors indicate
the particle volume fraction, ranging from 0.0-0.1 (turquoise) to 0.5-0.6 (pink). The con-
centration polarisation layer already develops before the beginning of the membrane. Other
system parameters as in figure 8.1.

are placed centrally on the membranes. The size was such that the membrane surface area
was increased with 1.8 %. Because the membrane has become much thicker at the posi-
tion of thetriangles, application of asimilar TMP asfor the aforementioned computations
would lead to a suboptimal flux. Therefore TMP was increased to 5340 Pa.

Figure 8.9 shows the flux along the membrane in steady-state situation. At the be-
ginning and the end of the membrane, the steady-state flux ./, is about 1.5 times higher
than without the membrane corrugations. Because of the reduced cake formation in these
regions, the relatively high TMP results in this high steady-state flux J,,. Thisresult also
indicates that the membrane corrugations are particularly favourable in a system with
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Figure 8.7. Steady-state flux as a function of position along the membrane for a homoge-
neous membrane with atotal membrane length of 135 ;.m and for a membrane with the same
total length, which is divided into three evenly distributed pore fields with alength of 33 um
and two solid walls with a length of 18 um (see figure above graph). Also indicated is the
length-averaged steady-state flux for both situations. The figure on top shows the concen-
tration distribution and the flow field for the membrane with interspaces (settings as in 8.6).
Other system parameters asin figure 8.1.

membrane interspaces, where we have an increased number of membrane beginnings and
ends. In the center region of the membrane pieces, the flux islower than without corruga-
tions. The presence of the corrugations apparently resultsin alower mean wall shear rate
Awal, Which leads to alower steady-state flux J,,. The length-averaged flux (Jy) is how-
ever higher in the system with membrane corrugations, suggesting that further research in
this direction would be worthwhile. Clearly, the suspension flow model presented in this
article can be avery helpful tool for these types of optimisations.

8.4 Conclusions

In this article, a new computer simulation model is proposed which enables the study of
concentration polarisation behaviour and cake layer formation in crossflow microfiltra-
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tion systems. The new model solves the NS equations for the suspension flow together
with the convection-diffusion equation for the suspended particles and follows the Lat-
tice Boltzmann method. Diffusion of the suspended particles takes place according to the
mechanism of shear-induced migration, which describes the migration of particles in a
suspension in shear flow. The shear-induced migration velocity increases linearly with
the shear rate and is strongly concentration-dependent.

Upon application for simple crossflow systems, the new suspension flow model yields
more realistic results for the flux and cake layer profile than existing models. Thisis
due to the fact that the suspension flow model totally resolves the suspension flow and
the shear-induced diffusion behaviour of the suspended particles, including a time- and
location-dependent shear rate, whereas the existing models normally assume a Poiseuille
flow profile and neglect axial transport between the bulk phase and the concentration po-
larisation layer. In contrast to existing models, the new suspension flow model moreover
accounts for pressure lossin the flow channel.

From comparison with results of the model of Romero and Davis[8], it became clear
that the more realistic approach of the suspension flow model is especially significant for
the calculation of the cake layer profile at the beginning and the end of the membrane.
Also the effect of narrowing of the flow channel by cake formation on the suspension
flow pattern (at a constant pressure gradient over the flow channel) leads to a substantial
improvement of the predictions. In the situation of long membrane lengths and thin cake
layers, the solution of the suspension flow model convergesto that of the model of Romero
and Davis.

The suspension flow model has awider applicability than the existing models. Besides
the use for simple crossflow systems, the suspension flow model allows for application
in microfiltration systems with complex geometries and moving boundaries. In order to
exemplify these possibilities, calculations are presented on systems with a discontinuous
membrane, with flow barriers and with corrugated membranes. From these examples,
it became clear that this model can be a valuable tool for the design of microfiltration
membranes, systems and processes.

List of symbols

Symbol s Lattice Boltzmann method (in lattice units):

a particle radius

C; discrete velocity fluid particles

C f speed of sound fluid particles

Csg speed of sound suspended particles

D diffusion coefficient

F body force

fi (x,t) particle distribution function fluid particles
[ (x,1) post-colllisional distribution function

gi (x,1) particle distribution function suspended particles

j momentum density

p pressure

t time

u flow velocity
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X aparticular node of the lattice

wj weight factor

Greek symbols:

0 shear rate

n dynamic viscosity

v kinematic viscosity

I1 momentum flux density

p mass density

T relaxation time fluid particles

Tg relaxation time suspended particles
o) suspended particle volume fraction
Symbols system parameters:

a radius of the suspended particles, m
C constant in Eq. (8.23)

D diffusion coefficient, m/s

Dy hydraulic diameter, m

f friction factor

H, half-height of the channel, m

H, height permeate side, m

J transmembrane flux, m/s

(J) length-averaged flux, m/s

Jo nominal transmembrane flux, m/s
Jos steady-state flux, m/s

K coefficient in Eq. (8.21)

L length of the flow channel, m

Ly length from flow inlet until halfway membrane, m
L., total membrane length, m

D pressure, Pa

Q mass flow rate, m?/s

R, membrane resistance, m—*

R, specific cake resistance, m—2

S. specific surface, m—!

TMP transmembrane pressure, Pa

u velocity, m/s

U crossflow velocity, m/s

Uy average nominal flow velocity, m/s
Upax maximal flow velocity, m/s

x dimensional distance aong thefilter, m
Ter critical distance, m

Greek symbols:

o shear rate, s!

Ywall shear rate at thewall, s!

Ywall,0 nominal shear rate at thewall, s!

e thickness of the cake layer, m
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Figure 8.8: Steady-state flux as a function of position along the membrane for two different
membranes: 1) a membrane with a total membrane length of 135 .m, which is divided into
three evenly distributed pore fields with a length of 33 ;um and two solid walls with a length
of 18 um and 2) the same membrane but with flow barriers placed at the solid walls (see
figure above graph). The flow barriers had a triangular form, with a width of 9.9 um at the
bottom side to 0.3 um at the top side. The height was 2.7 um. Three flow barriers were
placed in total, each with the center at a distance of 9 m after a piece of membrane. Also
indicated is the length-averaged steady-state flux for both situations. The figure on top shows
the concentration distribution and the flow field for the membrane with flow barriers (settings
asin 8.6). Other system parameters asin figure 8.1.
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thickness of the membrane, m

porosity of the cake

viscosity of the particle free medium, Pa s
viscosity in the bulk of the suspension, Pa s
fluid density, kg/m?

particle volume fraction

particle volume fraction in bulk suspension
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Figure 8.9: Steady-state flux as a function of position along the membrane for two different
membranes: 1) a membrane with a total membrane length of 135 .m, which is divided into
three evenly distributed pore fields with a length of 33 ;um and two solid walls with a length
of 18 pm and 2) the same membrane but with a corrugated structure (see figure above graph).
The corrugations consist of triangular pieces of membrane which are put on top of the pore
fields. The triangular pieces had a width of 24.3 um at the bottom side to 0.3 um at the
top side. The height was 2.7 um. Three triangular pieces were placed in total, each with the
center at adistance of 16.5 um from the beginning of aporefield. Also indicated isthe length-
averaged steady-state flux for both situations. The figure on top shows the concentration
distribution and the flow field for the membrane with corrugations (settings as in 8.6, but the
height is 20.2 um). Other system parameters asin figure 8.1.
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Summary

Microfiltration (MF) is a process that is used for the separation or fractionation of par-
ticles (0.02-20 pm) in a suspension. A suspension is pressed through a MF membrane;
larger particles are retained by the membrane and a size-sel ective separation is obtained,
which can be applied for e.g. water treatment and the manufacture of many productsin
biotechnological, food and medical applications.

In general, accumulation and deposition of retained particles in and onto the mem-
brane, often referred to as concentration polarisation and cake layer formation respec-
tively, severely limit the flux and selectivity of MF processes. Thisis especially the case
for MF of complex suspensions such as milk, which contains a high volume fraction of
dispersed matter (+ 15%) with a broad particle size distribution (1 nm - 20 zm). In this
thesis, factors affecting the flux and selectivity of MF processes for milk separation are
studied on various levels of detail. Theinitial focus was at a microscopic scale by study-
ing suspension flow at conditions relevant to MF (Chapter 2, 3 and 4) and then gradually
shifted to a macroscopic scale, studying the filtration behaviour of complex suspensions
(Chapter 5, 6 and 7), for which a computer simulation model was developed to support
the design of MF processes (Chapter 8).

In Chapter 2, a computer simulation model for suspension flow is presented, based
on the Lattice Boltzmann (LB) method. With this model, the flow behaviour of two-
dimensional (2D) and three-dimensional (3D) suspensions in Couette systems are com-
pared. Scaling relations were found for the transation of 2D computer simulation results
to 3D rea systems therewith reducing the computational effort considerably.

Chapter 3 discusses the effect of non-zero Reynolds numbers on Couette flow of 2D
suspensions. Shear-induced diffusion, a diffusion mechanism that reduces concentration
polarisation and cake layer formation in cross-flow MF systems, isfound to increase with
the Reynolds number. A similar effect isfound for the suspension viscosity. These effects
correlated with the occurrence of particle clustering in the suspensions, which can not
only be achieved by increasing the Reynolds number but also by increasing the attraction
between particles.

Shear-induced diffusion in suspensions with a bimodal particle size distribution is
described in Chapter 4, as studied by computer simulations with the LB method. In
monodisperse suspensions, shear-induced diffusivity scales with the squared particle ra-
dius, which stresses the importance of particle size. In bidisperse suspensions, the larger
particles behave as “master particles” when they are present in a sufficient amount: the
shear-induced diffusivity is totally determined by these larger particles. The smaller
“dave particles’ acquire a shear-induced diffusivity similar to the large particles, but
larger than in the respective monodisperse suspension (equal total volume fraction, same
particle size). Moreover, it is found that the larger particles can enhance the effects of
non-zero Reynolds number asfound in Chapter 3, since these particles experience alarger
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shear intensity. The results clearly demonstrate that the particle size distribution affects
the shear-induced diffusion coefficients of the individual particles in the suspension.

Chapter 5 reports on an experimental study on the steady-state flux in cross-flow MF
of latex suspensions with a bimodal size distribution. For monodisperse suspensions, the
steady-state flux isknownto relate to a*/?, where a isthe particleradius. In bidisperse sus-
pensions with various concentration ratios of small to large particles but with a constant
total volume fraction, it turned out that the steady-state flux is similar to the steady-state
flux of a monodisperse suspension of the small particles. The influence of the presence
of the large particles on the shear-induced diffusivity of the smaller particles could be
explained with amodel for shear-induced particle migration of polydisperse suspensions,
which isalso relevant in practice.

In Chapter 6, the study of the MF behaviour of suspensions with a particle size dis-
tribution is extended towards particle deposition onto the membrane, and towards par-
ticle fractionation. In the transient flux regime, particle deposition is the net result of
transport of particles towards the membrane by the flux through the membrane and the
back-transport of particles from the membrane towards the bulk phase by shear-induced
diffusion. By monitoring the particle deposition onto the membrane during MF by means
of Confocal Scanning Laser Microscopy, it was found that only the small particlesin the
bi di sperse suspension deposit on the membrane. These results can be explained by the oc-
currence of particle size segregation in the feed flow, which leads to an enrichment of the
smaller particles near the membrane. The findings are also shown to be relevant to parti-
cle fractionation processes by MF as was demonstrated with the fractionation of milk fat
globules in milk. This polydisperse suspension could be fractionated using a membrane
having a pore size larger than the largest particles present. The separation characteris-
tics of the process, such as particle size and fat content of the permeate, could be totally
controlled by the cross-flow velocity and permeate flux. This demonstrates that the frac-
tionation is not due to size exclusion by the membrane, but instead due to segregation
effectsin the feed channel.

Some particle deposition is often inevitable in MF processes. For the purpose of pro-
cess design, it isimportant to know the relevant properties of these deposition layers. For
many complex suspensions, these cannot be predicted easily. In Chapter 7, the proper-
ties of particle deposition layers from micellar casein and milk fat globule suspensions
are studied. By following a differential approach, it was possible to evaluate the particle
deposition layers during their formation in a dead-end filtration process. Both micellar
casein and milk fat globules were able to form layers with a very high hydrodynamic
resistance. While the permeability of layers of micellar casein was independent of the
pressure gradient applied, the layers of (liquid) milk fat globules were dependent on the
pressure gradient. When the fat was partly crystallised, the compressibility was smaller,
but the hydrodynamic resistance of the deposition layers was still very high, probably
because of the occurrence of partial coalescence of the fat globules. The parametersiden-
tified in thisstudy are considered essential for the rational design of UF and MF processes
of milk.

Process modelsthat predict the flux and selectivity as afunction of system and process
parameters, are important toolsin the design of MF processes. Chapter 8 presentsanewly
developed MF model which predicts concentration polarisation and cake layer formation,
and which is, unlike other MF models, suited for MF processes of complex suspensions
and in MF systems with complex membrane or module geometries or process conditions.
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The so-called suspension flow model is a computer simulation model, in which the hy-
drodynamics and convection-diffusion are resolved simultaneously, using an Euler-Euler
approach. This model, which is based on the LB method, allows the complete solution of
theflow field (including calculation of the actual local shear rate) and the application of a
pressure gradient over the feed flow channel as well as over the membrane. The general
applicability of the suspension flow model as a design tool for MF membranes, systems
and processes is demonstrated with computations on concentration polarisation and cake
layer formation in MF systemswith complex geometries, such as feed flow channelswith
flow barriers and corrugated membranes. The suspension flow model is a practical tool
for the design of MF processes of complex suspensions such as milk.






Samenvatting

Microfiltratie (MF) is een proces dat wordt gebruikt om deeltjes (0.02-20 xm) in een
suspensie af te scheiden of te fractioneren. De suspensie wordt hierbij door een MF
membraan geperst; grotere deeltjes worden tegengehouden door het membraan, zodat een
scheiding op grootte wordt verkregen. Deze scheiding kan bijvoorbeeld worden ingezet
voor waterbehandeling en voor de vervaardiging van producten voor biotechnologische,
voedings- en medische toepassing.

In het algemeen wordt de flux en selectiviteit van MF processen ernstig beperkt door
ophoping en afzetting van de tegengehouden deeltjes aan en op het membraan, verschijn-
selen die vaak aangeduid worden met respectievelijk concentratiepolarisatie en koeklaag-
vorming. Dit treedt in het bijzonder op tijdens MF van suspensies met een complexe
samenstelling, zoals melk, dat een hoge volumefractie aan gedispergeerd materiaal bevat
(£ 15%) met een brede grootteverdeling (1 nm - 20 um). Dit proefschrift beschrijft een
onderzoek waarin op verschillende detailniveaus factoren zijn bestudeerd die de flux en
selectiviteit van MF processen voor de scheiding van melk beinvioeden. Het begin van
dit proefschrift focuseert op de microscopische schaal, met een studie van het stromings-
gedrag van suspensies onder condities die relevant zijn voor MF (Hoofdstuk 2, 3 en 4),
waarna de focus geleidelijk verschuift naar macroscopische schaal, met een studie van
het filtratiegedrag van suspensies met een complexe samenstelling (Hoofdstuk 5, 6 en 7).
Het laatste Hoofdstuk beschrijft een computersimulatiemodel dat is ontwikkeld om het
ontwerp van MF processen te ondersteunen (Hoofdstuk 8).

In Hoofdstuk 2 wordt een computersimulatiemodel gepresenteerd, dat is gebaseerd
op de Lattice Boltzmann (LB) methode. Aan de hand van dit model is een vergelijking
gemaakt tussen het stromingsgedrag van twee-dimensionale (2D) en drie-dimensionale
(3D) suspensiesin Couette systemen. Er zijn schalingsrel aties gevonden voor de vertaling
van 2D computersimulatie resultaten naar 3D reéle systemen, waarmee de benodigde
computercapaciteit voor het berekenen van het stromingsgedrag aanzienlijk gereduceerd
kan worden.

Hoofdstuk 3 bediscussiéert het effect van Reynolds getallen groter dan nul op Couette
stroming van 2D suspensies. Shear-induced diffusie, een diffusiemechanisme dat con-
centratiepolarisatie en koeklaagvorming in cross-flow MF systemen reduceert, bleek toe
te nemen met een toenemend Reynolds getal. Een vergelijkbare toename werd gevonden
voor de viscositeit van de suspensie. Deze effecten correleerden met het optreden van
clustering van deeltjes in de suspensie, hetgeen niet alleen optrad met een toename van
het Reynolds getal maar ook met een toename van de attractie tussen deeltjes.

Shear-induced diffusie in suspensies met een bimodal e deeltjesgrootteverdeling, be-
studeerd door middel van computersimulatiesmet de L B methode, isbeschreven in Hoofd-
stuk 4. In monodi sperse suspensies schaalt de shear-induced diffusiviteit met het kwadraat
van de deeltjesstraal. Het belang van de grootteverdeling wordt duidelijk in bidisperse
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suspensies, waar de grotere deeltjes, wanneer aanwezig in voldoende hoeveelheid, hun
gedrag volledig opleggen aan de kleinere deeltjes: de shear-induced diffusiviteit is dan
volledig bepaald door deze grotere deeltjes. De kleinere deeltjes nemen een shear-induced
diffusiviteit aan die gelijk is aan die van de grotere deeltjes, en daardoor groter danin een
monodi sperse suspensie van alleen de kleinere deeltjes (met gelijke totale volumefractie).
De grotere deeltjes blijken bovendien de effecten van toenemende Reynolds getallen, zo-
alsgevonden in Hoofdstuk 3, te kunnen versterken, doordat deze deeltjesin een bidisperse
suspensie een groter shear Reynolds getal ervaren dan de kleinere deeltjes. De resulta-
ten tonen duidelijk aan dat de deeltjesgrootteverdeling van invlioed is op de shear-induced
diffusiecoéfficienten van de individuel e deeltjes in de suspensie.

Hoofdstuk 5 doet verslag van een experimentel e studie naar de steady-state flux tijdens
cross-flow MF van latex suspensies met een bimodale grootteverdeling. Voor monodis-
perse suspensies is het bekend dat de steady-state flux lineair schaalt met a*/3, waar a
gelijk isaan de deeltjesstraal. Voor bidisperse suspensies met verschillende concentratie-
verhoudingen van kleine tot grote deeltjes, maar met een constante totale volumefractie,
bleek de steady-state flux gelijk te zijn aan die van een monodi sperse suspensie van alleen
dekleine deeltjes. Deinvloed van de aanwezigheid van grote deeltjes op de shear-induced
diffusiviteit van kleine deeltjes kon worden verklaard met een model voor polydisperse
suspensies, dat shear-induced migratie van individuele deeltjes in een polydisperse sus-
pensie beschrijft in aanwezigheid van een concentratie-gradiént. Hiermee is een stap
gemaakt naar de beschrijving van shear-induced diffusie gedrag zoals relevant voor MF
van polydisperse suspensies.

In Hoofdstuk 6 is de studie naar het MF gedrag van suspensies met een deeltjesgroot-
teverdeling uitgebreid naar deeltjesdepositie op het membraan en deeltjesfractionering. In
het dynamische flux regimeis deeltjesdepositie het netto resultaat van enerzijds het trans-
port van deeltjes naar het membraan, veroorzaakt door de flux door het membraan, en
anderzijds het terugtransport van deeltjes vanaf het membraan naar de bulkfase, veroor-
zaakt door shear-induced diffusie. Door de deeltjesdepositie op het membraan tijdens MF
te volgen door middel van Confocal Scanning Laser Microscopie is gevonden dat alleen
de kleinere deeltjes van de bidisperse suspensie zich af zetten op het membraan. Deze re-
sultaten kunnen worden verklaard met het optreden van deeltjessegregatiein de crossflow,
gedreven door grootteverschillen tussen de deeltjes, die leidt tot een verrijking met klei-
nere deeltjes van de suspensie bij het membraan. Met een studie naar de fractionering van
melkvetbollen in melk is aangetoond dat de bovengenoemde resultaten ook relevant zijn
voor deeltjesfractioneringsprocessen middels MF. De polydisperse melkvetbolsuspensie
kon worden gefractioneerd met gebruik van een membraan waarvan de poriegrootte gro-
ter was dan de grootste deeltjes in de suspensie. De scheidingseigenschappen van het
proces, waaronder de deeltjesgrootte en het vetgehalte van het permeaat, kon volledig in-
gesteld worden met de crossflow snelheid en de permeaatflux. Dit maakt duidelijk dat de
fractionering niet toegeschreven kan worden aan uitsluiting door het membraan op basis
van afmetingen, maar dat deze toegeschreven kan worden aan segregatie effecten in het
stromingskanaal.

Enige mate van deeltjesdepositie blijkt vaak onvermijdbaar in MF processen. In het
kader van procesontwerp is het belangrijk om de relevante eigenschappen van deze depo-
sitielagen te kennen. In Hoofdstuk 7 zijn de eigenschappen van deeltjesdepositiel agen van
suspensies van micellair caseine en melkvetbollen bestudeerd. Door een differentiéle be-
nadering te gebruiken was het mogelijk om de deeltjesdepositielagen te bestuderen tijdens
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hun vorming in een dead-end filtratieproces. Zowel micellair caseine als melkvetbollen
vormden lagen met een zeer grote hydrodynamische weerstand. Terwijl de permeabili-
teit van lagen van micellair caseine onafhankelijk was van de toegepaste drukgradiént,
vertoonden lagen van (vloeibare) melkvetbollen wel een afhankelijkheid van de druk-
gradiént. Wanneer het vet gedeeltelijk gekristalliseerd was, was de drukafhankelijkheid,
en daarmee de compressibiliteit van de lagen, kleiner. De hydrodynamische weerstand
van de depositielagen was dan echter nog steeds zeer hoog, waarschijnlijk vanwege het
optreden van partiéle coalescentie van de vetbollen. De parameters die zijn vastgesteld in
deze studie, zijn van belang voor het rationeel ontwerpen van UF en MF processen van
melk.

Procesmodellen die de flux en selectiviteit voorspellen als functie van systeem en pro-
ces parameters vormen belangrijke instrumenten voor het ontwerp van MF processen.
Hoofdstuk 8 presenteert een nieuw ontwikkeld MF model, dat concentratiepolarisatie en
koeklaagvorming voorspelt en dat, in tegenstelling tot andere MF modellen, geschikt is
voor MF processen van complexe suspensies en voor MF systemen met complexe mem-
braan of module geometrién of procescondities. Dit zogenoemde suspensie flow model is
een computersimulatie model, waarin de hydrodynamica en convectie-diffusie gelijktij-
dig worden opgel ost, gebruikmakend van een Euler-Euler benadering. Het model is geba-
seerd op de LB methode en maakt het volledig oplossen van het stromingsveld mogelijk
(inclusief het berekenen van de actuele lokale af schuifsnelheid) in aanwezigheid van een
drukgradient over zowel het crossflow kanaal als het membraan. De algemene toepas-
baarheid van het suspensie flow model als een ontwerpinstrument voor MF membranen,
systemen en processen is gedemonstreerd met berekeningen van concentratiepolarisatie
en koeklaagvorming in MF systemen met complexe geometrién, zoals crossflow kanalen
met flow barriérres en gecorrugeerde membranen. Het suspensie flow model is daarmee
een praktisch instrument voor het ontwerp van MF processen van complexe suspensies
zoals melk.






Nawoord

Het nawoord: de plek om iedereen te bedanken die op enigerlei wijze heeft bijgedragen
aan de totstandkoming van dit proefschrift. En dat zijn er veel! Allereerst wil ik mijn
werkgever Friesland Foods van harte bedanken dat zij mij de gelegenheid heeft geboden
dit promotie-onderzoek uit te voeren. Voor mij betekende dit onderzoek een prachtige
kans mijn kennis te verdiepen en uit te breiden, en daarbij tegelijk een optimale bijdrage
aan innovatie binnen Friesland Foods te leveren.

Voor dit promotie-onderzoek ben ik op part-time basis gedetacheerd geweest bij de sectie
Proceskunde aan de Landbouwuniversiteit in Wageningen, waar ik begeleid werd door
Remko Boom, Karin Schroén (eerst nog even door Albert van der Padt, maar die besloot
a snel collega bij Friesland Foods in Deventer te worden) en Ruud van der Sman. Al-
lereerst wil ik Remko bedanken voor zijn enthousiaste en inspirerende begeleiding. Onze
besprekingen heb ik altijd als zeer prettig ervaren en ik ging altijd weer met nieuwe ideeén
jouw deur uit. Karin, met veel plezier hebben we samen studenten begeleid bij hun af-
studeeronderzoek. Bovendien werden mijn artikelen door jouw correcties zienderogen
sterker. Ruud heeft mij geintroduceerd in de wereld van computersimulaties, mijn groot-
ste avontuur in mijn promotie-onderzoek. Dit is mij niet alleen erg goed bevallen, maar
ik heb er ook heel veel van geleerd. Ook jullie van harte bedankt!

Ook buiten de sectie Proceskunde zijn er een aantal mensen geweest die een belang-
rijke rol hebben gespeeld. Allereerst wil ik Drona Kandhai (destijds) van het Kramers
L aboratorium voor Fysische Technologie van de TU Delft noemen. Drona, jij hebt jouw
computercode voor Lattice Boltzmann simulaties aan suspensies ter beschikking gesteld
en mij daarin wegwijs gemaakt. Daarnaast heb jij mij geweldig geholpen door als klank-
bord te fungeren voor mijn onderzoek op dit gebied. Dirk van den Ende van Science and
Technology van de UT Twente heeft mij een stuk verder gebracht op het gebied van de fy-
sica van suspensies en met een analytisch model voor shear-induced diffusie. During my
thesis, | have worked for a period of seven weeks at the University of Edinburgh, under
the terms of the European program for Training and Research on Advanced Computing
Systems. | was impressed by the large knowledge and research infrastructure at the De-
partment of Physics and Astronomy and the Edinburgh Parallel Computing Centre, and
acknowledging the pleasant supervision by Mike Cates and Kevin Stratford, | have learnt
alot more of physicsand computer science, and on top of that, thanksto the Burns supper,
about Scottish traditional poetry and food (haggis, tatties and neeps with whiskey). Du-
ring my stay in Edinburgh, | have shared a student flat with Fatima Lucas. Fatima, your
company was always very nice, not only in our flat, but also during our weekend tripsin
Scotland and in our meetings with so many other people! Joost van Opheusden van de
leerstoelgroep Wiskundige en Statistische Methoden van Wageningen Universiteit heeft
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me goed op weg geholpen met het analyseren van deeltjesaggregatie en microstructuren
in suspensies. John Brady, dueto your part-time professorship at the UT Twente, | had the
unique opportunity to discuss my work with you on several occasions. These discussions
have been very interesting and clarifying for me, so | have really appreciated them.

Ook aan de studenten heb ik veel te danken. Mark, Jeroen, Rob, Annet, Jan, Nienke,
Bieuwe, Frits, Sarah en Sylvia, het was een plezier met jullie samen te werken. Jullie heb-
ben een belangrijke bijdrage geleverd, welke jullie in meer of mindere mate terug kunnen
zien in de hoofdstukken 5 t/m 8. Andere mensen die een rechtstreekse bijdrage aan dit
proefschrift hebben geleverd zijn Henk Streppel, Miriam Krijgsman en Anno Koning (al-
len van Friesland Foods Corporate Research) en Harry Rollema (N1ZO Food Research).
En natuurlijk de mensen van de technische werkplaats van het Biotechnion van Wagenin-
gen Universiteit, en in het bijzonder Hans, die heel wat ideeén in mooie meetopstellingen
heeft omgezet. Mijn dank daarvoor!

Mijn onderzoek was onderdeel van een groot samenwerkingsproject, D-Force genaamd.
Het projectteam, met mensen van verschillende expertise en achtergrond, kwam op re-
gelmatige basis bij elkaar, wat meestal leidde tot levendige en interessante discussies.
Meningsverschillen werden overbrugd of juist niet (computersioemulaties!). Hoewel de
samenwerking zowel ups a's downs heeft gekend, vind ik dat er de afgelopen jaren vesel
is bereikt. Aan de basis van het D-Force project ligt de samenwerking tussen Friesland
Foods en Aquamarijn, met Cees van Rijn als de uitvinder van de microzeven. Cees, on-
danks jouw initiéle scepsis over de toepasbaarheid van microzeven voor melk, denk ik
dat het nut van microzeven ondertussen meer dan bewezen is. Rolf, bedankt dat je as
projectleider van het D-Force project mijn promotie-onderzoek altijd hebt ondersteund.
Miriam en Gerben waren collega-promovendi binnen het D-Force project. Bedankt voor
de fijne samenwerking en jullie vriendschap! Bij Friesland Foods voerden we ondertus-
sen onderzoek aan microfiltratie van melk uit. En dat was weer heel andere koek dan
onderzoek aan keurige modelsystemen. Reinier, Bas, Henk, Frank, Albert, Kees, Gerrit
en Rolf, wat hebben we geploeterd met z'n allen, maar wat mogen we trots zijn op het
resultaat!

Voor mijn promotie-onderzoek is er een Friesand Foods begeleidingscommissie in het
leven geroepen, bestaande uit verschillende “kennisiconen”. Tjeerd, Geert, Albert, Hans,
Ger, Evert en Tom, bedankt voor jullie betrokkenheid, opbouwende kritiek en ideeén.
Tjeerd, jij bent altijd een belangrijke motor geweest achter het D-Force project en hebt
daarmee ook een onmisbare rol gespeeld in de totstandkoming van dit boekje. Rolf en
Albert, bedankt voor jullie inbreng in de bilaterale besprekingen. Daarnaast was er ook
de Technology Circle * Separations” met collega’s van verschillende werkmaatschappijen
van Friesland Foods. Sytze, Gerard, Marc, Krin, Cor, Evert, Bert, Tjeerd en Albert, be-
dankt voor jullie belangstelling voor het onderzoek en de goede besprekingen, ondermeer
over de praktische toepassing van microfiltratie.

Door mijn part-time detachering bij de sectie Proceskunde kreeg ik opeens veel extra col-
lega’'s. En dat heeft veel voordelen. Pieter en Olivier, bedankt voor het aan de gang krijgen
en houden van het rekencluster, Gerrit, bedankt voor het oplossen van computer- en net-
werkproblemen, en Jos, voor de ondersteuning op het Iab. 1k heb genoten van de Al1O-reis
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naar Zuid-Afrika (hoewel wel erg kort voor mij) en vooral Canada, de verschillende feest-
jes en borrels, wielrentochten in Belgié en Duitsland en natuurlijk de dagelijkse sfeer en
gein op de afdeling. Kamergenoten te over voor serieuze en minder serieuze kletspraatjes
(in wat soms ook wel het kippenhok werd genoemd): Marieke, Rolf, Marcel, Nick, Hadi,
Julita, Judy en Jan (die na zijn afstudeeronderzoek terugkwam als promovendus).

En dan natuurlijk het thuisfront. Allereerst de sportclubjes (wielrennen en korfbal), voor
de broodnodige lichamelijke inspanning en geestelijke ontspanning! Familie en vrienden,
bedankt voor de gezelligheid tijdens feestjes, etentjes, ski-vakanties, fietskampeerweek-
enden en wat a niet meer. Lieve ouders en schoonouders, bedankt voor jullie onvoor-
waardelijke liefde en steun. Mam, het was kantjeboord drie jaar geleden, maar ik ben blij
dat je er nog bent en dat ik alles wat nu gebeurt met je kan delen!

Lieve George, bij niemand voel ik me zo thuis as bij jou! Je geloof in mij heeft me
gesterkt bij het uitvoeren van dit onderzoek. Hopelijk hebben we samen nog een mooie
tijd te gaan.
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