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Front page figure illustrates the combination of acoustic streaming and AC electroos-
mosis. This leads to an essentially vanishing steady streaming pattern in the fluid.



Abstract

Acoustofluidics offer label-free and gentle mechanical particle handling in micrometer
sized fluid channels. This handling of particles by ultrasonic waves has been termed
acoustophoresis. However, generation of standing acoustic waves in microchannels is ac-
companied by acoustic streaming. Larger particles are focused along pressure nodes or
anti-nodes due to the acoustic radiation force from acoustic waves scattering off of them,
while sub-micron particles typically get dragged around by the acoustic streaming. This
will typically set a lower limit for the diameters of the particles available for acoustic
handling.

The phenomena of electroosmosis is often used for pumping fluid through small channels
in microfluidic systems. Under regular experimental conditions, electroosmotic streaming
can reach amplitudes comparable to those of acoustic streaming. Furthermore, both phe-
nomena are dominated by stresses, generated at the fluid/solid boundaries of the fluid
channels. This leads to the question of whether or not electroosmosis could be used to
control or suppress the streaming in acoustofluidic setups.

In this thesis, we analyse theoretically the capability of basic DC and AC electroosmosis
to suppress typical acoustic streaming patterns. This is done through a series of analytical
and numerical calculations. For the relatively simple phenomena of DC electroomosis, we
suggest possible electrode geometries for effective streaming suppression. For the case of
AC electroosmosis, a multi-mode approach is used to generate streaming patterns opposite
to typical acoustic streaming in a simple fluid channel cross section.

iii



v

ABSTRACT



Resumé

Akustofluidik tillader maerkningsfri og blid mekanisk manipulation af partikler i mikrom-
eter storrelse vaeskekanaler. Denne handtering af partikler med ultralydsbglger kaldes
akustoforese. Generering af staende trykbglger i mikrokanaler vil dog altid medfgre akustiske
stromninger. Stgrre partikler fokuseres langs tryknoder eller antinoder pa grund af den
akustiske stralingskraft genereret af akustiske bglgers brydning, imens partikler under en
mikrometer i diameter typisk trackkes rundt af de akustiske strgmninger. Dette seetter
typisk en nedre greense for diameteren af partikler, man kan handtere akustisk.

Faenomenet elektroomose bliver ofte brugt til at pumpe vaesker gennem sméa kanaler
i mikrofluide systemer. Under almindelige eksperimentielle forhold kan elektroomotiske
stremninger opné hastigheder, der er sammenlignelige med typiske akustiske strgmning-
shastigheder. Endvidere domineres begge faenomener af speendinger, der genereres ved
vaeskegraensen i vaeskekanalerne. Dette leder os til spgrgsméalet om, hvorvidt elektroos-
mose kan anvendes til at kontrollere eller undertrykke akustiske strgmninger i akustofluide
systemer.

I denne these analyserer vi teoretisk evnen af basal DC og AC elektroosmose til at
undertrykke typiske akustiske strgmninger. Dette ggres gennem en rackke analytiske og
numeriske udregninger. For det relativt simple feenomen DC elektroomose foreslas mulige
elektrodegeometrier til anvendelse af effektiv strgmningsundertrykkelse. For AC electroos-
mose foreslas en multi-mode tilgang til at generere stromninger af modsat retning til typiske
akustiske strgmninger i et simpelt veeskekanaltveersnit.
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1 Introduction

1.1 Acoustofluidics

Acoustofluidics is a rapidly growing field of research based on the integration of acous-
tics and microfluidics in lab-on-a-chip designs. Acoustic waves are used for label-free and
efficient particle handling with high bio-compatibility. The principle has found many ap-
plications within the field of biotechnology and healthcare, where many advances are based
on the separation and purification of biological microparticles such as cells, viruses, bacte-
ria, and microvesicles. Experimental applications include enrichment of circulating cancer
cells [1], rapid sepsis diagnostics by detection of blood bacteria [2]|, seperation of lipids
from blood [3], and many more.

System designs for particle migration by ultrasound, termed acoustophoresis, are usu-
ally based on elongated fluid channels with cross section dimensions of a few hundred
micrometer. Acoustic waves with wavelengths comparable to the chamber dimensions are
thus oscillating in the MHz regime. Piezoelectric transducers driven by AC sources are
used to generate these high frequency waves through two main principles. The first prin-
ciple is based on coupling into resonant vibrational modes of either the fluid channel or
the entire microsystem. Here, the entire piezoelectric transducer is set into vibrations.
This method of actuation is termed bulk acoustic waves (BAW). Another principle relies
on interdigitated electrodes deposited on a piezoelectric substrate used to generate surface
acoustic waves (SAW) that travel mainly along the surface of the material towards a fluid
chamber placed on top. The method of actuation will not be a focus of this thesis, but the
presented acoustics will mostly resemble that of a BAW design.

A typical strategy for BAW designs is to establish standing wave modes in the fluid
channels. Whenever acoustic waves propagate in a fluid, acoustic streaming will inevitably
follow from non-linear effects. In microchannels, the streaming is usually generated due
to stresses in the fluid in a viscous boundary layer close the surface (so-called boundary
driven streaming). A thorough and state-of-the-art study concerning the origins acoustic
streaming has recently been conducted by Bach and Bruus [4, 5]. A sketch of a typical
BAW design is shown in figure 1.1. Here, the pressure forms a standing half-wave along
the width of the chamber. This pressure mode is accompanied by four streaming rolls in
the bulk of the fluid generated from the top and bottom boundaries of the chamber. The
acoustics presented in this thesis will follow this configuration.

Two competing forces of non-linear origin act on particles suspended in the fluid. One
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Figure 1.1: Conceptual drawing of an acoustophoretic device adapted from [6]. AC voltage
is applied to a piezoelectric transducer, generating vibrations that travel into the microflu-
idic channel glued on top. This generates standing pressure waves accompanied by acoustic
streaming, which is illustrated on a cross section of the channel. Both phenomena act on
microparticles suspended in the fluid through the acoustic radiation force and the viscous
drag force, respectively.

is the viscous Stokes drag from the acoustic streaming, which scales linearly with the
particle radius a. This force typically causes the particles to swirl around the chamber.
The other force is the acoustic radiation force caused by acoustic waves scattering off of
the suspended particles. This force scales with the cube of the radius a3, and it pushes
the suspended particles towards pressure nodes or anti-nodes depending on their acoustical
properties [7]. The motion of small particles, approximately below 1 pm, will typically be
dominated by acoustic streaming due to the different scalings. For acoustophoretic devices,
this is often undesirable because it counteracts the acoustic focusing of the radiation force.
A key question of technological relevance becomes whether or not we can suppress this

undesired streaming. This has directed our attention towards the well-known phenomena
of electroosmosis.
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External electric field
——S

Figure 1.2: Conceptual drawing of electroosmosis. An ionic solution is present on top of
a negatively charged surface. The negative surface charges draw positively charged ions
towards the surface, which screen off the surface potential, resulting in a thin Debye layer
with a positive electric charge density. An externally applied potential can be used to
generate stresses in the fluid through this charge density. This generates an exponentially
growing flow from the boundary.

1.2 Electroosmosis

The walls of a fluid chamber will usually become electrically charged due to surface re-
actions. If ions are suspended in the fluid, those of opposite sign to the surface charges
will accumulate in a thin layer near the wall and screen out the potential from the surface
charge. This layer is termed the Debye layer, and its width is typically of the order of
nanometer. If an external electric field is applied parallel to the wall, the Coulomb force
will act on the charge density, resulting in stresses in the fluid. These drive a flow from
the Debye layer, which will extend into the bulk of the fluid. A conceptual drawing of
electroosmosis is shown in figure 1.2

The surface charge can also be manipulated by external electrodes. This can either be
done with AC or DC sources. The process of inducing stresses in the fluid by external AC
sources is called induced charge electroosmosis (ICEO). Conventional electroosmosis based
on the natural occurrence of surface charges as well as ICEO are typically used to create
micropumps for lab-on-a-chip systems [8][9][10][11]. These pumps are very convenient as
they deliver high pressures with no moving parts.

1.3 Motivation: combined acoustics and electroosmosis

In typical experimental setups, it turns out that electroosmotic flows and acoustic stream-
ing are typically of the same order of magnitude ~ 100 um/s. The desire to avoid acoustic
streaming, and the similar boundary driven nature of the two flows, naturally raised the
question of whether or not electroosmotic effects could be used to suppress acoustic stream-
ing.

Extensive work on both phenomena has already been conducted in Professor Henrik
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Bruus’s group Theoretical Microfluidics (TMF). The main focus of this thesis is the elec-
troosmotic flow and in particular, how it combines with acoustic streaming. As mentioned,
electroosmotic flows can be generated by means of either DC or AC sources. Furthermore,
different levels of non-linearities and model complexities can be—and have been—applied
to the separate phenomena of electroosmosis. The goal of this thesis is not to exhaust a
single model of electroosmosis but rather to make an overview of the two main principles
(AC and DC), and how well they solve the stated problem of streaming suppression. Since
author had prior knowledge of acoustics, there will be a predominant focus on electroosmo-
sis in this thesis. Energy will be spend on understanding the basic theories of electroomosis,
whereas acoustics is presented more as an overview. To our knowledge, this is the first
study of electroosmosis for the purpose of acoustic streaming suppression. A review of
the combination of acoustics and other microfluidic techniques for the purpose of particle
handling can be found in [12], and a study focusing on the combination of acoustics with
magnetophoresis is given in [13]. Other attempts at acoustic streaming suppression include
geometric shape-optimisation [14] and the use of inhomogeneous fluids [15].

1.4 Outline of the thesis

Chapter 2: Theory

The general theories of fluid dynamics and electroosmosis are presented. The applied strat-
egy for doing acoustofluidic calculations with viscous boundary layers is stated, and the
theories of Debye layers and electroosmotic flows are outlined. Effective boundary layer
theories for both phenomena are presented.

Chapter 3: Numerical simulations

The finite element method used in the commercial software COMSOL Multiphysics is sum-
marised. Standard simulations of acoustics and electroosmosis are presented to illustrate
the effective theories and basic but important points.

Chapter 4: Combined acoustics and DC electroosmosis

DC electroosmosis is combined with acoustic streaming. Several examples of streaming
suppresion of increased realism are presented as proofs of concept. An optimisation al-
gorithm is applied to determine effective designs. We discuss some disadvantages and
experimental complications of the method.

Chapter 5: Induced-charge electroosmosis

The theory of AC, or induced charge, electroosmosis is presented. The theory is linearised,
and an effective slip velocity for the linearised theory is derived. The effective boundary
conditions are shown to circumvent numerical analysis of the thin Debye layer. The derived
effective theory is then applied to analyse the generation of induced charge electroosmosis.
A promising solution for streaming suppression is derived analytically and compared to
numerics. Finally, the full non-linear phenomena is analysed numerically.

Chapter 6: Combined ICEO and acoustics

The combination of ICEO and acoustics is discussed, and the capability of ICEO to sup-
press acoustic streaming is evaluated briefly.

Chapter 7: Conclusion and outlook



2 Theory

In this chapter, the theoretical framework of the thesis is presented. Several different the-
ories are used to describe the complex microfluidic systems under consideration in this
thesis. All of them have in common that we assume all underlying molecular dynamics
to be smoothened out on the length scales of our interest. Instead, we will be considering
average quantities of molecules and ions in small volume elements. With this, the macro-
scopic properties of fluids, solids, and electric polarisation are assumed to be perfectly
continuous, which is known as the continuum hypothesis. Basic theories of fluid dynamics
and electroosmosis are adopted from [16].

2.1 Fluid dynamics

Our fluid at the point r for time ¢ is characterized by its mass density p(r,t) and the
velocity field v(r,t). Assuming conservation of mass in an arbitrary but stationary volume
element € in the fluid, leads to a local formulation governed by the continuity equation

Op+ V- (pv)=0. (2.1)

In the same way, the conservation of momentum can be locally formulated through the
Navier—Stokes equation. We will only consider Newtonian fluids such that

O(pv) = V-0 — V- (pvv) + f, (2.2a)
o =n[Vv+ (Vv)'] +9[(8-1)V-v]|I —pI. (2.2b)

Here p(r,t) is the pressure of the fluid, and f, is a body force density present in the fluid.
This system of equations contains 4 equations and 5 independent fields (if the body-force
is given). To close the system of equations, one usually assumes some constitutive relation
between the pressure and the density

p=p(p) (2.3)

2.2 Acoustofluidics

2.2.1 Pertubation theory

We will consider acoustic actuation of the microsystems presented in this thesis, where the
systems are vibrated harmonically at a single frequency f. The physical fields governing
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the fluid in the systems are split up in the following way. Initial zeroth-order fields describe
the fluid in its steady state without external influences. First-order harmonic fields will
establish in response to the actuation, and weaker—but still important—second-order fields
arise due to the non-linear terms of the Navier—Stokes equation. Mathematically, this is
formulated as

v(r,t) =0 + 01(r,t) + va(r, ), (2.4a)
p(’l",t) = Do —|—]§1(7’7t) —|—p2(’l",t), (24b)
p(’r‘,t) = po +ﬁ1(lr)t) +p2(7’,t), (2'4C)

where the first-order fields denoted with ~ are in phasor notation
Ai(r,t) =Re {Ai(r) e*i“’t} , w=2rf, (2.5)

with A; being the complex amplitude. Inserting Eq. (2.4) into Eq. (2.1) and Eq. (2.2)
with no body force and keeping terms to first order, one finds the following equations for
the spatial development of the first-order fields

0=V-v —iwkgpi, (2.6a)
0=V.o0 +iwpvy, (2.6b)

with the stress-tensor notation
o = n[Vvk + (Vvk)T] + [(ﬁ -1V vk]I —piI. (2.7)

Here, we have defined the isentropic compressibility ks, which is a measure of the relative
compression of the fluid per pressure under adiabatic conditions. This can be related to
the speed of sound in the fluid ¢q through

1 (9/)) 1
ko= —(22) = 2 2.8
Po (3]? s PoCh (28)

When keeping terms to second order, we will find terms with two multiplied first-order
fields. We use that

Ai(r ) Bu(r,t) = %Re (AL (r)Bi(r)} + %Re [Ai(r)By(r)e 1) . (2.9)

With this, the first-order fields constitute steady and second-harmonic driving terms for
the second-order fields. The second-order fields are divided into two parts

As(r,t) = As(r) + Re {Ag@(m e*ﬁwt} : (2.10)

and equations for the separate components can then be found. The effects we are interested
in happen on the timescale of several milliseconds, and the considered frequencies are in
the MHz regime. Thus, we are only interested in the time-averaged second-order fields.
Time-averaging over an oscillation period T is denoted by

(A) = /OTAdt, (2.11)
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and the governing equations for the time-averaged second-order response can be written
as

0=V. (’02 + I€5<p1’l)1>), (212&)
0:V~0'2—p0V-<’01'01>. (2.12b)

The applied boundary condition is the so-called no-slip condition, where the fluid is as-
sumed to be strictly at rest with respect to the surrounding walls of solid. The rest
position of the boundary between fluid and solid is denoted by s¢, and the small harmonic
displacement from equilibrium of the wall induced by the mechanical actuation is written
as

§1(s0,t) = Re {s1(so)e '} . (2.13)

The no-slip boundary condition for an oscillating wall is then formulated as
v(so + 81) = Oi(so + §1) = Re {—iws; e 7'} = Re {V{’(sg) e ™'}, (2.14)
where V{?(sg) = —iws; has been introduced. Taylor expanding to second order yields

the following boundary conditions for the first-order and the time-averaged second-order
velocity fields

v1(s0) = V/'(s0), (2.15a)
’02(80) = —((81 . V)'Ul>|80. (2.15b)

The boundary condition for the surrounding solid is continuous normal stress
o). A=0y-n, (2.16)

with ¢(®) being the solid stress tensor. In this thesis, the motion of the surrounding solid
will not be considered explicitly.

2.2.2 Effective boundary layer theory

The no-slip boundary condition causes the velocity of the fluid to abruptly go towards
zero near the wall. It turns out that this happens in a thin boundary layer of lengthscale
0 = /21y /w, where vy = n/pg is the kinematic viscosity of the fluid. In the MHz regime,
this viscosity dominated layer is of the order of 500 nm in water. For devices containing
water channels with typical length scales of hundreds of micrometer, this layer poses a large
computational task while doing numerical calculations. Following Bach and Bruus [4], the
effects of the viscous boundary layer for slightly curved walls can be taken into account
through effective boundary conditions on the physical fields in the bulk of the fluid. We
introduce a local coordinate system at the wall through the capital letters (X,Y, Z), with
X and Y being parallel to the boundary, and Z pointing into the fluid normal to the wall.
We will also use || and L to denote parallel and perpendicular with respect to the wall. To
first order, the bulk of the fluid is described by the first-order pressure through

1
Vip, + k;gpl =0, where k. = kg (1 + i2I‘ﬁ>. (2.17)
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Here, ko = w/cq is the ordinary wave number, and the viscous damping parameter I'y is
defined by

I'a = (1+ B)nksw. (2.18)
The effective boundary condition on the first-order pressure field, which takes into account
the effects of the thin viscous boundary layer, is given by

iwpg i i
d1p1 = iy <V10Z - k—SV~ V10> - % (k:g + Zﬁpl), for r = sg. (2.19)
Here, we have defined the complex wavenumber
14
ks = ;Ll. (2.20)

The effective boundary condition on the solid stress is found to be
. . . i
o). e, = —p1éz + iksn <V10 + WPOVp1>. (2.21)

Physical fields are split into the sum of a boundary layer field denoted by the superscript ¢
and a bulk field denoted by d. Furthermore, fields evaluated at the equilibrium position of
the wall sy are denoted with the superscript 0. The second-order acoustic bulk-streaming
turns out to be well described by an incompressible Stokes flow with a slip velocity.

0=V v, (2.22a)

I'gw
0=~ [pd — (£L)] + V70 + ~52(SL), (2.22b)

€
v3(s0) = Vi (2.22¢)
Here, we have defined the fields

1 1 1

(Lie) = grlpal = Joolol 2 (S%) = SRe{piof}. (2.23)

— (L£4.) can be regarded as an effective pressure, and fa. = ['qw(SS.)/c3 is an acoustic
body force. We describe the slip velocity parallel to the boundary UH lip and the perpen-
dicular component v “slip by

UH slip — (A GX)GX + (A ey)ey, (224&)
1
A= —Re{ R v (21;;50 — iV10> — iV . Vol (2.24D)
9 _
4 |: > lV. ’U‘SO* +1(V ‘/'10* _ alv?})]v(lso}’
ac 5 : * 5 *
VF dlip = 2wRe{ — k(1 — )0 - 00 + V- [V { - Z'v‘fov‘fo (2.24c¢)

1+1 1 i
F I P oV o (Gt SV - (1 Doty o

y 1 < 0% 1+1i_ .
-5 ‘fozvl]}Jrsze{lVf V(v +v{0) — ; v 50}2.
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The long expression for the perpendicular component contains corrections of order kgd
that are normally thought to be small enough to discard (kod ~ 0.3%). However, for the
acoustics simulations shown in this thesis, it turns out that the error in the bulk of the
fluid caused by dropping these terms is significantly larger than kgd. The reason for this
is unknown.

2.3 Electroosmosis

2.3.1 Ionic currents

Electroosmosis is the motion of fluids relative to charged surfaces. The electric surface
potential is generated by either surface charges due to chemical surface reactions or by
external electrodes. An electric charge density is induced by separation of positive and
negative ions dissolved in the fluid, when ions of opposite charge to the surface potential
are attracted to screen away the incoming potential, while ions of similar charge are pushed
away. The motion is induced by externally applied potentials that act on the charge density
pel accumulating near the charged surfaces, which generates a body force like the one
included in Eq. (2.2a). The electric body force is simply expressed as

Jo =paFE, (2.25)

with E being the electric field.

The concentrations of ion species o will be denoted ¢, (7,t). Changes in ionic concen-
trations happen due to a combination of convection, diffusion, and electric current. Again,
this can be formulated as a conservation law, resulting in the Nernst—Planck equation

Oica = -V Ty, (2.26a)
Jo = cqv — Do Vg — piaca V. (2.26b)

Here, we have defined the ion mobility u, and the diffusion constant D, for the ionic species
a. We adopt a quasi-electrostatic description, where the charge movement is assumed to
be slow enough that magnetic fields are negligible. The electric field can then be written
as a gradient field

E =-Vo, (2.27)

where ¢ is the electric potential. The governing equation for the electric field is Gauss’s
law, where we will only consider linearly polarisable and isotropic medias

V-D =V-:(eE) = pq. (2.28)

Furthermore, we consider a constant electric permittivity e, leading to the Poisson equation
1

V2p = == pal (2.29)

Z, will denote the valences of the species, and the electric charge density can be expressed
as

per(rit) =€ Zaca(r,t). (2.30)
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To simplify analysis, we consider the situation where only a single positive ion species de-
noted with a 4+ and a single negative ion species denoted with — are present. Furthermore,
their valences are assumed to follow Z, = —Z_ = Z, such that

pel = Ze(cy — c_). (2.31)

2.3.2 The Debye layer

The accumulation of charge in an electrolyte near a charged wall is known as the Debye
layer. Using a standard Cartesian (x,y, z) coordinate system, we consider a wall parallel to
the zy-plane at z = 0 with a constant surface potential . Over the wall, a solution of ions
with a bulk concentration of cg is present, and we have the following boundary conditions
at equilibrium

c+(z = 00) = cp, ¢z =00) =0, $(z=0)=C. (2.32)

We consider an equilibrium solution with no fluid flow or electric current, such that
Eq. (2.26b) yields

Jr=—-DiVer — puic Vo =0, (2.33)
or
ct = coexp( — % ). (2.34)
It is often used that
fy = iZ];%, (2.35)

where kp is the Boltzmann constant and 7" is the temperature. Inserting these in Eq. (2.31),
the electric charge density becomes

Z
pel = —2Zecq sinh <kB;¢> , (2.36)
and the equation governing the equilibrium potential reads

27 A
V2 = Z2Cgnn( 2< 4). (2.37)
€ kT

For the one-dimensional case, this can be solved by the Gouy-Chapman solution

(z) = 4];36Tarctanh[tanh <4i;§1> exp < — ;))} (2.38)

where we have defined the Debye length

ekgT
AD = - 2.39
b 2(Ze)cy (239)
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For typical bulk concentrations of ¢cg = 1mM in water at 25°C, the Debye length for
monovalent ions is Ap = 9.7 nm. For sufficiently small surface potentials, where the electric
energy is much lower than the thermal energy,

Ze( <L kpT, (2.40)

one can Taylor expand the right-hand side of Eq. (2.37) such that
2 1
Vo= 50¢. (2.41)
Ab
This is known as the Debye-Hiickel approximation.

2.3.3 DC electroosmotic slip velocity

It is assumed that an external DC potential ¢eyt is applied to the fluid chamber with an
ionic solution, and charged walls. The external potential is designed such that it creates
a constant electric field Eqy within the fluid. We expand our fields in equilibrium- and
externally induced fields

P = Peq + Dext; (2.42a)
C+ = C4eq + C4 ext, (2.42b)
o= ¢eq + QPexts (2.42C)
UV = Veq + Vext- (2.42d)

Here, we note that there is no flow in the equilibrium situation, such that v = vext.
Typically, the externally applied electric fields in electroosmotic experiments are much
smaller than the electric fields associated with the thin equilibrium Debye layers. Because of
this, we will assume that the externally applied DC field does not influence the equilibrium
configuration the ions particularly much, so that

Pel = Peleqs (243)

where pejeq is calculated from Eq. (2.36), and ¢eq is found from Eq. (2.37).

The flow under consideration is assumed to be in steady state, and we consider flow-
velocities much lower than the speed of sound in the fluid, so the fluid can be considered
incompressible. With this, the continuum and Navier—Stokes equations read

0= V- vext, (2.44&)
p(vext : V)'Uext = _V(peq + pext) + nv2vext - pel,eqv(d)eq + d)ext)- (244b)

The term pejeqV ¢eq is balanced by the equilibrium pressure gradient Vpeq. Further, we
only consider velocities of up to approximately 100 pm/s. In the bulk of the fluid, changes
happen on the length scale of approximately d ~ 100 pm such that V ~ d~! ~ 10*m™!.
With this, the viscous term nV2wvey; is approximately two orders of magnitude larger than
the non-linear term on the left-hand side. Near the wall of the fluid chamber, the viscous



12 CHAPTER 2. THEORY

term is even more dominant, and the non-linear term is dropped. Lastly, we drop the
ext subscript from the velocity and pressure fields, and the governing equations for the
electroosmotic flow read

0="V-w, (2.45a)
0= —Vp+ 0V — peleqVdext- (2.45b)

The electric body force is only present in the thin Debye layer near the charged walls,
and it is customary to divide the problem into the length scale of the Debye layer and the
length scale of the bulk fluid. In the thin boundary layer, where the electric body force
is induced, viscous effects dominate over the pressure. Thus, we write the Navier—Stokes
equation in the Debye layer as

0 =nViv+ PeleqFext = VQ(UU — €PoqFext)- (2.46)

Directing the y-axis along the parallel component of the fluid flow with respect to the wall
with the Debye layer extending along the z direction, the incompressible condition yields
Oyvy + 0,v, = 0. Here, 0y ~ d~! and 9, ~ )\51, where d is the lowest length scale of
variation along the boundary. This means that

Uy ~ ivz > v, (2.47)
AD
as d is assumed to be much larger than the Debye layer thickness of approximately 10 nm.
One can then assume the velocity to be exclusively parallel to the boundary within the
Debye layer. Denoting ¢e¢q(s0) = ¢, and imposing the no-slip boundary condition, we find
the flow in the thin boundary layer to follow

v=— (1 - "20‘> éEext,, = (1 — ¢gq)v§g, where vl = —éEext”. (2.48)
n n

This is exact in the case of a truly constant zeta potential and a constant parallel electric
field along an infinite translational invariant boundary. The solution is a good approx-
imation as long the surface potential ¢ = ((s¢) varies over a length scale d > Ap. In
this case V2¢eq ~ i(ﬁeq, such that the equilibrium potential is well approximated by the
one-dimensional solution in Eq. (2.38) with a slowly varying ¢ inserted. A standard Stokes
flow is present in the bulk of the fluid, where the electric body force has vanished. On the
length scale of the bulk, the equilibrium potential for practical purposes vanishes on the
wall of the fluid container. This means that from the perspective of the bulk fluid, the
velocity essentially goes to stfi?) at the wall. In the bulk of the fluid, the flow problem can
thus be solved as a Stokes flow with a slip velocity analogue to the acoustic streaming

0=V-w, (2.49a)

0= —Vp+nViv, (2.49b)
v(sy) = 'stli?). (2.49¢)



3 Numerical simulations

The mathematical models of acoustofluidic systems combined with electroosmotic effects
include complicated systems of coupled equations. For many studies, we will therefore
turn to numerical simulations. All simulations are carried out in COMSOL Multiphysics
5.4 [17], which is a commercial finite element software.

3.1 The finite element method

The equations used to describe physical fields in this thesis can all be written on the form
of a conservation law

V- Ju(r,t)] — Flr, 1 = 0. (3.1)

Here, J is a generalised flux that is some functional of the physical field u(r,t). F is a
generalised force that can generally also depend on u(r,t). This form of the equation is
known as the strong form. The finite element method approximates the solution to this
equation numerically. The spatial domain, in which we are trying to find the solution,
is divided into a grid of N points. The points are combined with straight lines without
overlapping, and the elements outlined by the lines are called mesh elements. The mesh
elements that share the common vertex in the n’th point of the grid r, form a mesh-cell.
For each point r,, a test function i, is formed. This is illustrated in figure 3.1. The test
functions are piecewise polynomials of order p that are bounded on the mesh cells, and
they are normalised such that i, (r,,t) = 1. These test functions are then used as basis

Figure 3.1: Typical finite element mesh for a 2D geometry. The test function 4, is defined
on the mesh cell, which is shaded dark blue. Adopted from [18].

13
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functions for our physical field

N
u(r,t) = CMiy(r,t), (3.2)

n=1

where Cy(Lu) are constants. With this approximation, Eq. (3.1) may not be perfectly fulfilled,
leading to a defect d(r,t) on the right-hand side

V.- Ju(r,t)] — Fr,t] = d(r,t). (3.3)

The defect is minimised by insisting that the projection of all the basis functions on the
defect fQ Wmd dr should vanish. This leads to the condition

/Qﬂm(r,t) V- J[u(r,t)] — F(r,t)] dr = 0. (3.4)

This is known as the weak form of the equation. For linear operators J, this can be
formulated as

N
W [ a4 (r I, (r r= | 4 T r. .
;cn /Q m(r, ) (V- I (r,1)]) d /Q mF(r,t)d (3.5)

This is on the form of a matrix equation, and by defining the components

=CW, (3.6a)
= / A (7, 1) (V- T (7, 8)]) dr, (3.6b)
Q
Q
the problem is restated as
KC =F, (3.7)

(u)

where the coefficients C, 7 are found through matrix inversion of K. Using the product
rule and Gauss’s theorem, the weak form equation can be written as

7{ lia - J]dA + / (= Vi) - J — it Fldr = 0. (3.8)
15)9) Q

With this, Neumann boundary conditions can be implemented as n - J = N(7,t). Other
boundary conditions such as Dirichlet can also be implemented through Lagrange multi-
pliers.
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Table 3.1: Parameters used for the basic acoustics simulations [21].

po 997kg/m3 | cg 1496.7m/s
n  0.890mPas | 8 3.1256
ke 447.7TPa~' | f 1.993 MHz

3.2 Basic setup

To heavily reduce computational footprints, we will only simulate two-dimensional geome-
tries. The geometries will be models of fluid channel cross sections like the one shown
figure 1.1, sometimes including surrounding solids. The essential assumptions are that the
channels are very elongated and that no significant change in the physical fields happen
along them. Basic flow calculations are shown in the proceedings, and demonstrations
of the effective boundary conditions are included. Throughout the thesis, a right-handed
Cartesian (y, z) coordinate system is used. Further, a local right-handed Cartesian (Y, Z)
coordinate system is used at the boundaries of the fluid channels. Since we are in 2D,
only a single parallel unit vector and a perpendicular unit vector pointing into the fluid
are needed. These are denoted by €| and €, respectively. These coordinate systems are
illustrated in figure 3.2.

The computational strategy is to initially calculate the first-order acoustic fields for the
acoustics simulations and the equilibrium potential for electroosmotic simulations. In a
second step, the streaming is calculated based on the fields found in the initial calculation.

3.2.1 Acoustics simulations

The basis for the initial simulations of this thesis will be a fluid cross section similar to one
which has previously been extensively studied by Muller and Bruus [19][20][21][22]. It is a
simple rectangular channel of dimensions Hg, X Wep = 160 pm x 375 pm. For all simulations
in this thesis, the fluid channel is centered in (y, z) = (0,0). The simulated equations and
geometry are illustrated in figure 3.2 (a), and the finite element meshes used for full and
effective simulations are shown in 3.2 (b). The required mesh for the effective simulation is
much coarser, because the thin boundary layer is taken into account analytically. The fluid
in the chamber is simulated as water at 25°C, and the basic parameters used for acoustics
simulations are given in table 3.1.

The acoustic actuation of the chamber is put in artificially in order to not simulate the
solid mechanics of the surroundings. For water, the width of the given cross section can
support standing half-waves for actuation frequencies close to f = 2 MHz. The actuation is
put in as a resonant boundary condition on s; and is adopted from an analytical example
in [4]. The top and bottom boundaries are kept stationary, while the sides are actuated by

L0 & 1
o1y = £Win/2,9) = docos(y /<14 D)oz ). f = = g (1= 13T ).

(3.9)
The results of this typical acoustics simulation are also shown in figure 3.2. The figure
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Figure 3.2: Standard solution of a closed cavity acoustic half-wave resonance with second-
order streaming. (a) cross section of the fluid channel of dimensions H., x W¢,. Equations
implemented in the bulk are written inside the geometry, while boundary conditions are
written outside. The local coordinate system used at the fluid boundary in the thesis is
illustrated at two of the boundaries. (b) finite element meshes for full and effective theory
calculations. (c) field plots of the acoustic pressure p;. The cyan coloured arrows on top of
the pressure field illustrate v;. (d) vo field plots. Cyan coloured arrows are of va. (e) voy
calculation from the effective and the full theory along the magenta dashed arrow shown
in (d). (f) v2, shown along the blue dashed arrow. A zoom-in close to the boundary
illustrates the rapid growth of the velocity field near a boundary in the full theory.
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Figure 3.3: Closed cavity slip velocity compared to the Rayleigh slip velocity. The closed
cavity slip velocity is remarkably similar to the one found for an infinite half-plane, even
for a single half-wave resonance.

illustrates the full simulation alongside a simulation with the effective boundary conditions
described in Eq. (2.19) and Eq. (2.24). A zoom-in on the boundary layer illustrates the
difference in boundary conditions for the full and effective theory. A very rapid growth in
the amplitude of the acoustic streaming is seen at the boundary of the chamber for the full
simulation to satisfy the no-slip boundary condition. The effective theory takes this growth
into account analytically and assumes it to happen immediately on the boundary. This
thin layer with an abrupt change in the physical fields is present to both first- and second
order. Due to the vast difference in required mesh elements, numerical calculations with
the effective theory are significantly faster than the full theory. In 2D, a typical simulation
like the one shown in figure 3.2 takes of the order of 5 s with the effective theory and 30 s
with the full theory. The effective theory has even allowed us to do full system 3D models
of acoustofluidic systems [23]. The fit between the full and the effective theory is very
precise, and the effective theory is used in all remaining simulations including acoustics,
unless we want to explicitly illustrate the boundary layer streaming.

The acoustic streaming associated with this standard half-wave mode is driven by a
conveyor-belt effect on the top and bottom boundaries, which turns out to be similar to one
found in a classical calculation by Lord Rayleigh [24]. He considered a timely and spatially
harmonic standing pressure wave above an infinite half-plane. Assuming the spatial period
27 /koy to be much longer than the viscous boundary layer thickness, terms to lowest order
in kod are calculated. If the half-plane boundary is situated in z = 0, the flow problem for
z > 0 is defined by

p1(y, 2) = ipocaug sin(koy), s1(y,2=0) =0, (3.10)

where ug is the amplitude of the spatially and timely harmonic first-order velocity field.
By splitting the equations for the first- and second-order fields into different length scales
(boundary layer and bulk fluid), one can find a slip velocity parallel to the boundary given
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by

2

vy, » = 0) = vhacieh = ZZ? sin(2koy)é,. (3.11)
The normalised vgy(so) at the bottom boundary of the chamber from the standard acoustics
simulation is shown alongside the Rayleigh slip velocity at kg = 7/Wg, in figure 3.3. We
see that the parallel component of the closed cavity slip velocity follows the same form as
the Rayleigh solution. The slip velocity on the sides of the chamber and the perpendicular
component on the top and bottom boundaries are all around two orders of magnitudes
lower than vgy(so) from the top and bottom boundaries.

3.2.2 Electroosmotic simulations

We now turn to the electroosmotic flow. To illustrate the validity of the boundary condition
shown in Eq. (2.48), a simple simulation is set up with the electroosmotic slip velocity and
electric body force, respectively. The geometry is identical to the previous simulation
illustrated in figure 3.2. The boundary conditions on the potential are set to

2
Geq(y, 2 = —Hen/2) = Voexp[— (;Il/y ) ], (3.12a)
ch
¢eq(ya z = Hch/2) = ¢eq(y = iWCh/2a Z) =0, (3-12b)

where Vj = 1 mV. The no-slip boundary condition is implemented on all boundaries except
for the one at z = — Hy, /2 for the slip-velocity simulation, where Eq. (2.48) is implemented.
A constant external electric field is applied as

£o
V2

where Ey = (1V/Wg,). The positive ion is modelled as Na™, and the negative ion is C1~.
Again, a temperature of 25°C is assumed. Whenever a fluid is modelled, the fluid is taken
to be water, and its electric permittivity is denoted e¢;. When the surrounding solid is
simulated, its electric properties are taken to be those of pyrex glass, and the permittivity
is denoted €5. Parameters used for the steady electroosmotic simulations are given in table
3.2, and the results of the simulations are illustrated in figure 3.4. For the electroosmotic
simulations, equally course meshing can be used in the bulk of the fluid for the full and
the effective theory, while the solutions with the electric body force need a thin boundary
layer mesh at the surrounding solid walls.

Eo = ——=(é,+ ¢€,), (3.13)

Table 3.2: Parameters used for the basic electroosmotic simulations [16].
D, 133 x10%m?/s co 1mM
D_ 2.03x10%m?% Ap  9.71nm
py 519 x1078m?/(V xs) |e  80e
po =791 x1078m?/(V xs) | 5 4.6¢[25]
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Figure 3.4: Electroosmotic flow solution with comparison between slip velocity and electric
body force implementation. (a) Field plot of the steady velocity field vy calculated with
the electric body force. (b) Calculation with the electroosmotic slip velocity. (c) Plot of
the vertical streaming component along the magenta dashed arrow for the two implemen-
tations. (d) The horizontal streaming components shown along the blue dashed arrow. A
zoom-in on the boundary displays the rapid growth in the velocity for the full theory with
the electric body force confined to the thin Debye layer.

For the electric field with equally large components parallel and perpendicular to the
boundary, the parallel component still dominates completely, and the two solutions are
almost identical. The electroosmotic slip velocity will be used in the proceeding work.

3.3 Convergence tests

The simulations need to include enough mesh elements to properly resolve the details of the
physical fields. To ensure that a stable solution has been reached, one should perform some
sort of convergence test. Since increasing mesh sizes increase computational footprint, it is
desirable to look for a compromise between mesh size and precision. We define a relative
convergence parameter by

o lu = et 2 dr
fQ |uref’2dr

C(u) (3.14)
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Here, u refers to a given solution for the given field, whereas u,f is a reference solution
for comparison. The reference solution is ideally an exact solution that one can use to test
their simulation. For cases where no analytical solutions can be found, one can instead use
the best possible solution your computer can give. The relative convergence parameters
should converge continuously towards the reference solution with increasing numbers of
mesh elements. We are looking for exponential convergences, and in this thesis a relative
convergence within 1% is aimed for.

Whenever we simulate new set of equations, a convergence test is ran to explore the re-
quired mesh size. Typically, a characteristic length scale of the system under consideration
is used to scale the size of mesh elements e.g. an acoustic wavelength or the boundary layer
thicknesses. If this characteristic length scale is changed in a future simulation, the mesh
can be refined correspondingly. Furthermore, all new simulations are checked qualitatively,
to see whether or not anomalies such as discontinuous derivatives in the fields, which could
be caused by numerical errors, are present in the physical fields. If the solutions contain
these sorts of problems, the meshes can be locally refined.

A convergence test for the acoustics simulations is illustrated in figure 3.5. Here, the
maximum mesh element size in the bulk of the fluid could have been scaled with respect to
the acoustic wavelength. Instead, it was scaled as /N to check for reasonable agreement
with previous work [19]. In any case, all simulations with acoustics will be of the half-wave
mode shown above. For the full acoustics simulations, fourth-order polynomials are used
to resolve v1 and we, whereas third-order polynomials are used for the pressure fields pq
and py. For the effective theory, third-order polynomials resolve the velocity fields, and
second-order polynomials are used for the pressure fields. We notice how the second-order
pressure field converges much slower than the remaining fields in the effective simulation.
We will not worry too much about this, since we cannot use ps explicitly, and it more
so serves as a Lagrange multiplier for the problem. To reach precision of approximately
1% for the remaining fields, N = 0.05 was chosen for the full theory and N = 0.02 was
chosen for the effective simulations. The boundary layer for the full theory was resolved
with 15 boundary layers in the convergence test with the first layer of thickness 6/5 and a
scaling factor per layer of 1.1. For full simulations shown in the thesis (acoustics as well as
electroosmotic), 25 boundary layers were implemented for safety, because tiny numerical
defects were sometimes observed at the end of the boundary layers.
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Figure 3.5: Convergence test for acoustics simulations. The relative convergence on loga-
rithmic scale is shown for both the effective fields (b) and the fully simulated fields (a).
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4 Combined acoustics and DC elec-
troosmosis

We have seen that both acoustic streaming and DC electroosmosis can be described as
linear Stokes flows with slip velocities. Since the governing equations are linear in the
velocity vectors, the two theories seem to trivially combine to a single Stokes flow with
two separate slip velocities. This will hold true as long as first-order acoustic effects are
uncoupled from the ionic motion. Due to the tiny diameters of ions, viscous drag forces
will vastly dominate their motion compared to the acoustic radiation force. One concern
would be whether or not ions would start moving out of phase with the oscillating fluid,
which could disturb the equilibrium configuration of the ions at the wall or polarise the
bulk. Assuming that only viscous drag is important, Newton’s second law for a dissolved
ion with velocity w relative to the fluid is given by

MionOru = —67NaU, (4.1)

where the ion is modelled as a perfect sphere of radius a. With an initial relative velocity
ug, we find that

6mna
u = U exp(— i t>, (4.2)
Mion
meaning that the ion comes to rest with respect to the fluid on a timescale of 7 = g;iﬁ.

When ions are dissolved in water, they are typically surrounded closely by a layer of water
molecules that are attracted to the ions due to their polarity. Thus, we will consider the
weight and radius of a so-called hydrated ion [26]. To overestimate the typical timescale,
we consider a fairly low hydrated ionic radius of @ = 0.2nm, and a high hydration number
of 10 water molecules. The typical timescale for a sodium ion coming to rest in water at
room temperature would then be around

Mmya+ + 10mmo

= ~ 107 13s. 4.3
g 6mna > (43)

For pressure waves of frequencies in the MHz regime, the ions will essentially appear to
perfectly follow the fluid. Thus, the ions in the Debye layer should closely follow the motion
of the fluid in the layer, which essentially just vibrates harmonically with the wall to fulfil
the no-slip boundary condition. At the timescales of our interest, the behaviour of the ions
at the fluid/solid boundary can be evaluated from the average position sp, and we expect

23
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no coupling between the phenomena. The time-averaged fluid flows in the microfluidic
systems under consideration will thus simply be described by Eq. (4.4a) and Eq. (4.4b)
with an acoustic and an electroosmotic slip velocity. Since the flow is to second order, and
since the gradient term in Eq. (4.4b) can be regarded as an effective pressure gradient, we
write the governing flow equations as

0=V- V2, (4.4&)
Taw
0= —Vpz + 1V + —5 (). (4.4b)
0
va(80) = vsaﬁp + stliOp. (4.4c)

4.1 Suppressing acoustic streaming

For single acoustic mode operation in fluid channels with elongated rectangular cross-
sections, the acoustic body force fae = ['qw(S<.)/c3 will be vanishingly small. In this case,
acoustic streaming is almost exclusively generated due to the relative motion between the
fluid and surrounding solid [5]. The streaming in the bulk thus appears due to the slip
velocity, and if we could control the electroosmotic slip velocity at will, it would become
a mathematically trivial task to cancel acoustic streaming by setting vgiop = —vg,- The
electroosmotic slip velocity is only suited for counteracting the parallel component of the
acoustic slip velocity. Luckily, this is usually the dominant one for resonance modes in
microchannels. As illustrated previously, the typical acoustic slip velocity will resemble
that of the classical Rayleigh streaming calculation even for a half-wave mode in the cross
section of our model system. This means that the leading source of acoustic streaming
is the parallel slip velocity on the top and bottom boundaries of the chamber. In the
following simulations, we assume that a constant external electric field has been applied
horizontally across the cross-section of our standard fluid channel

E. = Fe,. (4.5)
Thus, we should be able to suppress the majority of the streaming by applying

Rayleigh
slip

v , (4.6)

_ — A
C(y7z - j:HCh/Q) - AﬁfE

where A is a dimensionless parameter varied to minimise the streaming. A parametric
sweep is set up, where the average value of the steady velocity amplitude in the chamber
|va]ave is calculated for each value of A. The resulting curve is shown alongside field
plots from the solution with the lowest average streaming amplitude in figure 4.1. It is
illustrated how the perpendicular component of vy at the wall (the perpendicular slip
velocity) is unchanged for changing values of A. This will always leave a bit of streaming
in the chamber, albeit the streaming can be greatly reduced. The lowest average streaming
at A = 0.972 has an amplitude of 0.7um/s (for the effective theory). Compared to the
standard simulation of A = 0, where we find an average streaming of 28.5pm/s, the
streaming is reduced by more than an order of magnitude.
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Figure 4.1: Acoustic streaming stop with idealised electroosmotic counter flow rolls. (a)
average streaming amplitude |va|avg plotted against A from Eq. (4.6). (b) field plot of
the steady velocity field vy. A large reduction from the pure acoustics solution is seen.
(c) horizontal streaming components along the magenta dashed arrow in (b) for varying
values of A. It is illustrated how the perpendicular slip velocity remains unchanged. (d)
the vertical streaming components shown along the blue dashed arrow.

4.2 External electrodes

We now turn to the problem of shaping the ionic layer at the chamber walls by external
means. This is done by placing electrodes in the surrounding solid to the fluid channel.
The idea is to utilise the Debye-screening of the electric potential penetrating into the fluid
chamber to generate a more desirable streaming pattern. To simplify the initial analysis,
we consider the situation where no chemically generated surface charges are present at
the fluid /solid boundary. All applied potentials (like the chemical zeta potential) are with
respect to the charge neutral bulk of the fluid.
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4.2.1 Perfect conductor model

When an electric potential penetrates into an ionic solution, it rapidly vanishes as it gets
screened by the ions. This is reminiscent of the electronic screening at metallic surfaces
and inspires the idea of modelling the ionic solution as a perfect conductor, when seen
from the solid. We consider a solid/fluid interface positioned at z = 0 with the fluid above
at z > 0. The solid below at z < 0 is characterised by the permittivity €5, the equilibrium
electric potential ¢3,, and it contains no free charges. In the fluid above, we use ef, ¢£q,
and we have a free charge-density described by Eq. (2.36). If we assume that the externally
applied potential varies on a length-scale d > Ap, then 85 ~ d~2 will be much smaller than
9% ~ \5? in the Poisson equation inside the fluid, such that V2 ~ 92. Thus, the solution for
the potential inside the fluid can again be approximated by the one-dimensional solution
in Eq. (2.38), where we insert a slowly varying zeta potential

C(y) = ¢(feq(y7 z = 0) = ¢(Seq(y7 z = 0) (47)

The boundary condition for the potential at the solid/fluid interface with no surface charges
is

fsaz¢2q’Z:0 = Efaz¢£q‘zzo' (48)

Still working with V2d>£q R qubgq, the total charge accumulated per area in the fluid above

the wall o) ¢q is approximately given by

o0 o 2kpTes Ze((y)
~ 2 f _ £ _ ples
Uel,eq = /0 peLequ ~ —Ef\/o 8Z(Z5eqd2’ — €f8z¢eq‘z:0 — )\DZe Slnh< 2]{;BT ; (49)

where the expression in Eq. (2.38) has been inserted. The Debye layer is almost infinites-
imally thin on the length scales of the devices we are interested in describing, and the
accumulated charge above the wall looks a lot like a true surface charge. Inserting Eq. (4.9)
into Eq. (4.8) yields

S 1
N ¢, ke (4.10)

which is equivalent to the boundary condition used for perfectly conducting surfaces with
a boundary to a dielectric media of permittivity es. Analogue to a metal, where electrons
screen off incoming electric waves in a very thin layer at the surface of the metal, we have
the same effect with ions at the solid/fluid interface.

Choosing z = 0 as the solid/fluid interface was arbitrary, and from Eq. (4.8) and
Eq. (4.9) the zeta potential at an arbitrarily directed but flat wall at 7 = sy can be written

as

QkBT . < Ze)\D €g
— arcsinh =
e

((s0) = SknT &

8J_¢Zq(80)). (4.11)

This expression can in turn be used as the boundary condition for ¢7,

Zq<80) = -

kT . ZeAp € S
. arcsmh(szT Efaj_qﬁeq(so)). (4.12)
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With this, we can estimate ((sg) without resolving the thin Debye layer on the fluid side of
the geometry. Inserting Eq. (4.11) into the expression for the electroosmotic slip velocity
at a flat wall at sg, we find

2kgT ZeA
EO _ B efarcsinh( €AD €

oo =22 TP 0,0 (0) ) B (113)

We will refer to this as the effective model in this chapter. In case one wants to perform
analytical evaluations of the potential at the fluid/solid boundary, one can apply a further
simplification for certain cases. 01 ¢5,(s0) will of course depend on the value of ((s¢) in
general. With Vj being the voltage applied to an external electrode, we will expect the
normal derivative to scale approximately as

VO—C(SU).

8L¢<Seq(80) ~ d

(4.14)
Assuming that ((so) < Vo, we can expect 01 ¢ (S0) to change very little by artificially
truncating ((sg) to zero in the calculation of ¢3,. In this case, we can use the following
boundary condition on the potential on the solid side

Poq(80) =0, (4.15)

while the zeta potential to be used in the expression for the electroosmotic slip velocity is
still found from Eq. (4.11). This allows for the use of image theory, which is illustrated in
an example in the following. This model is referred to as the perfect conductor model in
this chapter.

Eq. (2.48) with a full calculation of the Debye layer inside the fluid channel is compared
to Eq. (4.13) with the boundary condition ¢3,(s0) = ((so) on the equilibrium potential.
For the latter, no electric potential is calculated inside the fluid channel, and no boundary
layers are needed in the finite element mesh. A simulation is set up where the standard
fluid channel of dimensions Hg, X We, = 160 pm x 375 pm is etched into a block of pyrex
of dimensions Hy X Wy = 1mm x 2mm. A single cylindrical electrode of radius R = 5pm
is placed centrally beneath the fluid chamber. The edge-to-edge distance between the
electrode and the fluid/solid boundary is denoted zy. We assume no electric fields to be
present in the surroundings of the devices in this thesis. On the outer boundary of the
pyrex facing towards the surrounding environment, we assume no free charge accumulation,
which will be formulated as

- D =0. (4.16)

A constant horizontal external electric field is assumed to be applied across the fluid channel
E.=—-Fé,, E=1V/Wg,. (4.17)

This external electric field will be applied to all the following simulations of this chapter.
The geometry and the boundary conditions used on the electric potential for the compared
simulations are shown in figure 4.2. Solutions were found for these implementations for



28 CHAPTER 4. COMBINED ACOUSTICS AND DC ELECTROOSMOSIS

—_— A Solid
n-D=0 Fluid .
- >
\~~“ss WCh
s~\\~~~ HS Hch
. >
IDRBFEIREHGRHITE | 0 continuoniy, tyom
Effective | #q=¢ /

Perfect conductor  %bq Y
<

W

Figure 4.2: Geometry for the effective (-potential boundary condition test. The applied
boundary conditions for the electric potential and the geometrical definitions are shown.
The magenta dashed arrow illustrates the path along which v, is plotted in figure 4.3.

varying values of zy. For each solution, the average value of the streaming amplitude |va|ayg
was found, and the relative difference between the methods was calculated

eff
avg

[va

full

avg
Full , (4.18)
avg

[v2|ave — |v2

with full denoting the full model of the Debye screening and eff denoting the effective
model. The relative error stemming from assuming the boundary condition ¢3,(so) = 0
was also tested. Selected solutions for the horizontal streaming component along the
magenta dashed arrow in figure 4.2 are shown in figure 4.3 to illustrate the precision of the
effective boundary condition.

We notice that the solutions are remarkably similar, even when the distance between
the cylindrical electrode and the surface is only 10nm and thus similar to the Debye
length. Even for the perfect conductor model where we set ¢ (so) = 0, a modest 2%
relative difference is found in the average value of the streaming. The effective boundary
condition with ¢5,(s0) = ((s0) yields relative errors below 0.1% for all tested values of zo.
The model cannot be expected to hold, if the electrode introduces details in the physical
fields on length scales comparable to 10nm. However, at this short distance between the
fluid /solid boundary and the wire, the radius of the wire partially determines the length
scale of variation for the potential, which makes the effective model valid at these small
distances. The simulation suggests that we may reach a 1% agreement already around
zp = 30nm for the perfect conductor model. In the following work, the distances between
the fluid and the electrode boundaries are always greater than 1ypm, where a very high
precision is seen for both effective models.

With the solid /fluid boundary modelled as a perfect conductor, we can use image theory
to approximate the potential to check if our numerical implementation seems valid. A
typical textbook calculation reveals that the potential around an infinite line-charge under
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Figure 4.3: Test of effective boundary conditions for an external cylindrical electrode. The
fields in (b)-(d) are plotted along the magenta dashed arrow shown in figure 4.2. (a) the
relative difference between the full simulations including Debye screening and the effective
model of the ¢ potential. The perfect counductor model is tested too. (b) v, plotted for
the zp = 10nm solutions. (c) zp = 1 pm solutions. (d) zp = 100 pm solutions.

a semi-infinite and perfectly conducting plane forms cylindrical equipotential surfaces.
From this, the potential around a cylindrical wire of potential V centered in (y,z) =
(0, —(z0 + R)) with a semi-infinite conducting half-space at z = 0 is found to be

Vo Y2+ (2 — (zo+R)2—R2)2

oy, z) = : (4.19)
2arccosh(%) y2+ (2 + /(20 + R)Z - R2)2
At z = 0, the z-derivative of this yields
-2V R)2 — R?
0.00.0) = ——0 Vil (4.20)

arccosh(242) y2 + (20 + R)? — R?’

In figure 4.4, this is compared to the normal derivatives of the electric potential at the
bottom boundary found with the full and the effective model in the previous study of the
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Figure 4.4: Boundary plots of the normal derivative of the equilibrium potential. The
fields are plotted along the bottom boundary of the fluid chamber shown in figure 4.2. (a)
2o = 10 nm solutions. (b) zop = 1 pm solutions. (c¢) zgp = 100 pm solutions.

effective theory. For zp = 10 nm, there is a slight mismatch between the numerical models
and the analytical expression. The effective solution is seen to follow the full solution
closely. For zy = 1pm, all three solutions are almost identical, because the boundary
appears essentially semi-infinite, while the distance between the wire and the fluid/solid
boundary is still large enough for the perfect conductor boundary condition to be valid.
For zp = 100 pm, the analytical solution does not fit as well with the numerical models
anymore, because the finite bounds of the fluid chamber become important. However, the
center peak value is still quite precise.

The effective boundary condition in Eq. (4.11) was also tested in a similar simulation
with a rectangular electrode of dimensions Hgjee X Welee = 4um X 10 um. The result of
this test is shown in figure 4.5. We notice a similar convergence pattern to the previous
test. The initial convergence of the perfect conductor model is a little worse than for the
cylindrical wire, which is not surprising given that a rectangular wire has a larger surface
at distance zg to the fluid/solid boundary. The relative error between the effective model
and the full model is again negligible for all tested distances.

4.2.2 System optimisation

To probe for the most viable system designs to stop acoustic streaming, a series of numerical
simulations with varying geometries are performed. A COMSOL script is set up to be ran
through Matlab, and for each calculation a probe is taken of the average value for |vs| in
the fluid channel. This value is then minimised by changing the positioning of wires and
the amplitudes of applied voltages. The minimisation process is automated by using the
Matlab function fminsearchcon |27], which is an extension to Matlab’s standard function
fminsearch, which allows you to apply bounds and conditions to minimisation parameters.
The minimisation method is a direct iterative simplex based method that does not use
numerical or analytical gradients. For each iteration, a simplex of dimension N + 1 (with
N being the number of minimisation parameters) is defined in parameter space R, and
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Figure 4.5: Effective boundary condition test for external rectangular wire. (a) Geometry
of the simulation. (b) Relative difference in the average streaming |vs|avy between the
effective models and the full boundary conditions with Debye screening.

the function that you are trying to optimise is evaluated in each vertex. Several test points
are generated, and based on the function values at these test points, a new simplex is
defined for the next iteration. The method is described in [28].

To model the potential extending from the electrodes, a rectangular geometry of the
surrounding solid is implemented of dimensions Hy X Wy = 1.5mm X 4mm. The stan-
dard fluid channel cross section with the basic acoustics implemented is centralised in the
solid. 1, 2 , and 3 cylindrical wires of radius R are used for each of the four streaming
rolls. The setup has two axes of symmetry, and these are used to reduce the size of the
simulations. Only one fourth of the setup is thus simulated, and the symmetry axes are
supplied with boundary conditions to reflect the symmetries of the physical fields. The
geometry alongside the applied boundary conditions are illustrated in figure 4.6. The wires
are all aligned for each quarter, and the distance from the bottom of the fluid channel and
the wires is denoted zy. The distance from the vertical centreline to the edge of the first
wire is called ¥y, and the separation between each wire is called L. The applied potentials
at the simulated wires are denoted Vi, Vo and V3. R, zg, yo, L, V1, Vo, and V3 all act
as optimisation parameters. When we exclude the chemical zeta potential, the potential
should be anti-symmetric around the vertical centreline at y = 0. Since the boundary
condition in Eq. (4.13) is implemented, the equilibrium potential Poq 1s only simulated in
the surrounding solid. The potential is set to zero on the vertical centreline and to ( at
the fluid/solid boundary. Since the setup is symmetric around the horizontal centreline,
the normal derivative of the potential goes to zero here. Because the permittivity of the
solid is a constant, this corresponds to the condition of no accumulated charge on a free
surface

— eV, =n-D=0. (4.21)
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Figure 4.6: Geometry and boundary conditions for initial DC device optimisation. (a)
full geometry shown, and the simulated quarter is cut out with white lines. 1, 2, or
3 cylindrical electrodes per quarter are implemented. In the figure, the example of 3 (in
total 12) electrodes is shown. (b) mesh and boundary conditions applied to the simulations.
The boundary conditions are illustrated with colour codes at the applied boundaries.

This boundary condition is also implemented on the surfaces facing towards the surround-
ing environment. Since the electric field is entirely horizontal, there is only an electroos-
motic slip velocity on the top and bottom boundaries. From our previous discussion, we
know that this should be sufficient to effectively suppress the streaming.

The optimal parameters and the corresponding value of the average streaming found
for 1, 2, and 3 cylinders are shown in table 4.1. Field plots of the corresponding streaming
solutions are shown in figure 4.7. The solution of the full geometry with 3 electrodes per
quarter is also found for the optimised parameters. The solution for the full geometry finds
an average streaming of 1.05 um /s, which is identical to the solution utilising the geometric
symmetries. A field plot of this solution is also shown in figure 4.7. Notably, with only
a few electrodes we come quite close to the streaming reduction found for the idealised
zeta potential control in the initial test. Even with a single electrode it is possible to
reach a significant streaming reduction. The areas in which the streaming exceeds 3 pm/s
are illustrated on the field plots. These are seen to shrink for an increasing amount of
cylindrical wires. Another way of evaluating the optimal setup could be to minimise the
areas where the streaming exceeds a certain threshold. This principle was used in [14],
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Table 4.1: Table of the optimal parameters found for the initial DC device optimisation
test.

d

V3 |av,

Naw | Vi (V]| o IKV] | Va V] | @ fuus) | 20 an] | o pus) | £ ] | 2152
1 13.395 | - - 4.25 61.48 84.78 - 1.38
22.197 | 0.113 - 1.22 71.47 88.29 80.06 1.12
3 25.043 | 0.004 0.002 1.20 75.83 90.87 63.17 1.05

Vol [nm/s]

Figure 4.7: vs field plots from the fluid of the initial optimised DC devices. The dark blue
lines are contour lines for |va] = 3pm/s. (a) single cylinder optimised solution. (b) double
cylinder solution. (c) triple cylinder solution. (d) full geometry extension of (c).

where shape-optimisation was used to suppress acoustic streaming theoretically. Having
small zones with a large streaming amplitude might not be that important in terms of
particle handling, albeit it can cause large increases in the average streaming.

4.3 Practical considerations

We now discuss some of the problems with the design methods explored above. The main
concerns will be how one would create a constant electric field across the fluid channel,
how well we can manipulate streaming when a chemical zeta potential is present, and the
very large amplitudes of applied external potentials in regards to the physical model and
material properties.
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4.3.1 Discussion of design weaknesses

In order to create an electric field going across the channel, one would have to deposit a set
of electrodes on the sides of the channel. These electrodes would need to circumvent Debye
screening in order to have the electric field penetrate through the bulk of the fluid. One way
to go about this is to allow electrolysis to take place at the electrodes. However, electrolysis
will generate unwanted gasses that you somehow have filter out of the chamber. Another
problem with electrolysis is that it eventually leads to changes in pH, which changes the
chemical properties of the surface of the solid, which in turn leads to changes in the chemical
zeta potential.

One way of dealing with these problems has been to install anion exchange membranes
at the electrodes [10]. A problem with this is that it is not necessarily an easy or cheap
way of implementing the electroosmosis. It also leads to the question of how we would
model the membranes acoustically.

Another idea is to use an electrode/electrolyte combination where the electrodes absorb
one of the ion species, such as Cu electrodes with a CuSOy4 solution. This is often done
in batteries, where the cation corresponds to the electrode material. However, this causes
ramified growth on the electrodes, which would eventually compromise the structure of
the chamber walls. An extensive model of this growth is presented in [29]. The process is
quite complex, and the article does not discuss the amplitude of the potential extending
into the bulk.

A relevant consideration in terms of the theoretical model is when the ionic concentra-
tions become so large that steric effects must be taken into account. In the thin Debye
layers, this actually happens at relatively low surface potentials. With a denoting the ra-
dius of an ion, the concentration surely cannot exceed a critical concentration of cerit = a ™.
We consider a typical hydrated ion size of @ = 0.3nm. Assuming Eq. (2.34) to hold, the
corresponding critical potential for ¢ = 1 mM of monovalent ions is found to be

T cri T
Perit = il 1D<C t) =11V, Vr = ki, (4.22)
Ze co e

where we have defined the thermal voltage Vr ~ 26 mV at room temperature. Many
models have been developed to take into account steric effects. A review is included in
[30], where two simple models are also tested to explore steric effects at high voltages.

If we only want concentrations below approximately 1% of ceit, where our model is
still expected to hold, the surface potential should not exceed 160 mV. In the preceding
simulations, the surface potentials have been below this but of the same order of magnitude.
For a cylindrical wire, we can find an approximate expression for the peak amplitude of
the surface potential with the perfect conductor model by using Eq. (4.11) with Eq. (4.20)
inserted at y = 0

(4.23)

2Vt Z)p e 20
7 .

x = —— arcsinh
s 2V €r arccosh(245) /(29 + R)2 — R?

We select approximate values from the previous simulations, and for monovalent ions at
25°C and a cylinder of R = 21um and 2y = 70pm with Vo = 20kV applied, we find
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¢ = 59mV. So if we assume that we are able to generate a constant transverse external
electric field of amplitude 1V /Wy, across the fluid channel, a surface potential of around
60 mV appears to be sufficient for suppressing typical acoustic streaming amplitudes. If
transverse electric fields of this amplitude are practically difficult to generate, one would
likely have to go into the steric regime to reach sufficient streaming amplitudes. However,
the topics of steric effects, ramified growth, and ion selective membranes are beyond the
scope of this thesis.

One last physical effect that we will mention is dielectric breakdown. For large enough
electrical field strengths, all dielectric materials will eventually stop being dielectric and
start conducting currents. This would likely compromise the experimental setup by Joule
heating from electric discharges. For borosilicate glasses like pyrex, this happens around
20MV/m or 20V /um [31]. This could prove to be an experimentally and theoretically
relevant obstacle. The electric potentials needed to shape the ionic layers in the previous
simulations were very large. From Eq. (4.9) we can estimate the perpendicular electrical
field strength |Ef | = |01 ¢3,| needed at the edge of the solid to create a surface potential
of 60mV. For a pyrex/water interface at 25°C with monovalent ions in the water at bulk
concentration cp = 1mM, and ¢ = 60mV, we find that |ES | = 134 MV /m. This is much
higher than the dielectric strength of pyrex, so some extra care must be taken to refine the
design ideas using external wires. The needed field strength could potentially be lowered
by applying larger transverse electric fields or by lowering the amplitude of the acoustic
streaming. However, even if this was done, one would likely still have to counteract a
chemical zeta potential at the fluid/solid boundary.

The chemical zeta potential varies with many parameters such as pH, temperature, bulk
concentration of electrolytes, different types of electrolytes, and of course the type of solid
surface. Silicate glass composites like pyrex generally have negative zeta potentials, which
are reported to increase in amplitude for increasing pH values and decrease in amplitude
for increasing bulk concentrations of electrolytes. To get an estimate of the values of the
chemical zeta potential at ¢g = 1 mM for monovalent cations like sodium or potassium
ions, we refer to the review article [32]. At pH values around 7, it is reported that zeta
potentials for silicate glass composites are found to be somewhere around —90mV. To
generate a surface potential of this amplitude, one would need |Ef | = 257 MV /m. In this
thesis, we will not deal directly with this issue but only note a few potential possibilities
for circumventing it. These may include increasing concentrations of ions, decreasing pH
values, or using surface treatments to lower the surface potential [33]'. Another option
could be to change material from pyrex to e.g. fused silica. The review article [32] also
mentions that zeta potentials of different types of silica glass do not vary significantly.
The dielectric strength of fused silica is in the range of 470 — 670 MV /m, and the dielectric
constant of fused silica is similar to that of pyrex at around 4.1 [31]2. For further inspiration,
one could consult the electrowetting literature, where dielectric breakdown is a large topic
of discussion. A discussion of promising materials can be found in [34].

For now, we continue the analysis with pyrex and keep in mind that unreasonable

![33] presents an experimental and theoretical study of the effects of a surface coating on a silica surface.
The observed reduction in the chemical surface potential for this coating is rather small.
?Measured at 1 MHz.
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Figure 4.8: 1D example of a fluid/solid boundary with a chemical zeta potential. (a)
electrode implemented in the solid beneath the fluid. (b) setup without external electrode.

potential values may be assessed by various optimisations to the design. Otherwise, one
may have to use a more complicated models for the ionic behaviour to include steric effects.
However, the problem of dielectric breakdown has to be dealt with in the design phase of
any potential future experiments. In the proceeding, the chemical zeta potential is set to
Cchem = —-90mV.

4.3.2 Including the chemical zeta potential

We now turn to the topic of counteracting the chemical zeta potential, while simultaneously
creating a total surface potential to generate streaming rolls opposite to the Rayleigh
streaming.

First, we need to consider the boundary condition at the fluid/solid interface. The
chemical zeta potential does not materialise out of nothing. It stems from the chemical
binding of charges on the fluid side of the interface. This means that there will be an actual
surface charge ¢l chem On the boundary. Again, denoting the equilibrium potential in the
fluid ¢£q and in the solid ¢g,, the boundary conditions on the potential at the fluid /solid
boundary in the presence of an actual surface charge el chem created by surface chemistry,
reads

—€rM - quiq + €M - V¢<Saq = Oel,chem; for r € sg, (4.24&)
gq = Qoq = Peq(80), for r € sp. (4.24Db)

Because our theory is formulated around a constant chemical surface potential (cpem and
not the more physical ¢l chem, things become slightly awkward. We begin with a 1D
electrostatic example, where a solid/fluid interface at z = 0 and an electrode at z = —d is
considered as illustrated in figure 4.8 (a). Besides the boundary conditions in Eq. (4.24),
we have

oq(2 = —d) = W, (4.25a)
¢£q(z — 00) = 0. (4.25D)
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In the solid at —d < z < 0, the potential is found from
2.4s _ s __
V2, =0 = ¢, =Az+B. (4.26)
With Eq. (4.24b) and Eq. (4.25a) we get
s z
eq — Peq(z =0) — [Vo — ¢eq(2 = O)}E (4.27)

In the fluid at z > 0, the potential is found with the boundary condition in Eq. (4.25b) to
be

2Zecy Ze
V3L, = smh<kBT¢£q> -
(4.28)
AkpT Zegoq(z = 0) z
¢£q = arctanh [tanh <Z(11€BT exp| — )l
Denoting ¢eq(z = 0) = ¢, the last boundary condition in Eq. (4.24a) yields
2kpTe . Ze — W
ZIZADf Smh<2kBCT> + 6sC pi % = Gel chem- (4.29)

We wish to relate o) chem to the chemical zeta potential (chem. This chemically generated
potential should be unchanged if no conductor was placed beneath the fluid. Instead of a
conductor at z = —d, we could just place a dielectric media characterised by €; beneath
the fluid with an edge with no free charges at z = —I[. At this edge we have the boundary
condition 72 - D = 0. This is illustrated in figure 4.8 (b). In the solid we then find

Zq(z) = (eq(z = 0), (4.30)
and again in the fluid
4kpT Zepeq(z =0) z
¢£q = Zearctanh[tanh (‘;ﬁBT exp| — Al (4.31)

Since there is no external electrode, ¢eq(z = 0) = (chem, and Eq. (4.24a) yields

2kBT6f . ZeCChem
el,chem — . 4.32
Telch Zedp < 2T > (4:32)
Inserting this in Eq. (4.29), we find that
2kBT . Ze)\D €s (VO - C) . ZeCchem
=—— h = h . 4.

¢ arcsin [QkBT pR— + sin T (4.33)

For the case illustrated in figure 4.8 (a) we had

s Vo—¢

az(beq - - d (434)
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and Eq. (4.33) can also be expressed as

2kpgT
(= i arcsinh {sinh (
e

Z e(chem > ZeAp €

— 0,05 |. 4.
2kpT 2kpT €fa ¢eq (4.35)

Next, we consider a general geometry with a solid/fluid boundary at sg. We still
assume no free charge accumulation at the surfaces facing the surrounding environment.
The electric potential in the solid is determined by

V25, =0, (4.36)

and the solution with no external electrodes would still just be d)Zq(r) = (chem- This follows
from the uniqueness theorems of the Laplace equation, since all boundary conditions on the
closed domain of the surrounding solid are either Dirichlet or Neumann. With a constant
chemical zeta potential at the boundary of the fluid channel, the solution for the electric
field in the fluid is essentially one-dimensional, because the Debye layer is much smaller
than the chamber dimensions. The charge per area accumulating over a given area of the

wall is then still
o _ 2kgT'es sinh ZeCchem
el,chem Ze)\D 72kBT .
If an external electrode applies an electric potential that varies on a length scale d > Ap

along the boundary, the electric potential in the fluid still approximately follows the Gouy-
Chapman solution

f_ 70
¢ec = arctanh [tanh < InT > eXp< 2 >:|, ( . )

(4.37)

where Z again denotes the locally perpendicular coordinate pointing into the fluid. Insert-
ing Eq. (4.37) and Eq. (4.38) into Eq. (4.24a) then leads to

ZeCchem _ ZeAp €s
2kpT 2kBT €

2kgT
i arcsinh [ sinh (
e

C(so) = alaszq(so)] . (4.39)

This is implemented in the electroosmotic slip velocity, and ¢g, is calculated with the
boundary condition

Zq(so) =

2kgT . . Z e(chem Zep €
arcsinh | sinh -
(& 2]€BT €f

2kpT 3@2@1(80)] : (4.40)

More elaborate models can be applied, where surface reactions are taken into account
to determine electric surface charges oejchem. Thorough work on this topic can e.g. be
found in [33].

4.3.3 Electrode array design

In our next design idea, we take into account that it would likely be easier for fabrication
processes to make rectangular electrodes rather than cylindrical ones. In order to reduce
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Table 4.2: Table of the optimal parameters found for the DC device optimisation test with
a array of 18 rectangular electrodes. The setups A — F' are illustrated in figure 4.9.

Setup A B C D E F

Van [V] - 616 |- |- T 632
Vo [V] - |- 1498 |- | 1507
|Valave [nm/s| | 28.5 | 1.28 | 66.8 | 2.07 | 68.1 | 2.35

the amplitudes of the applied potentials as much as possible, it would also be beneficial to
decrease the distance between electrodes and the fluid chamber. The optimised solutions
shown above all had distances between electrodes and the fluid /solid boundary comparable
to the width of the chamber. This was of course because the potential had to spread out
over the entire boundary to counteract the acoustic streaming. If electrodes are situated
closer to the boundary, more electrodes would be needed to generate a desirable shape of
the surface potential.

We attempt a design with two arrays of 18 rectangular electrodes of dimension Hejee X
Welee = 41m x 10 pm with 10 um spacing between neighbouring electrodes. Similar to
the previous optimisation simulations illustrated in figure 4.6, the fluid channel is etched
centrally into a pyrex cross section of dimensions Wy = 1.5mm x 4mm. The arrays of
electrodes are placed centrally 5 pm beneath and above the fluid channel, respectively. With
the applied chemical zeta potential, the problem is still symmetric along the horizontal
centreline at z = 0. This symmetry axis was used in the simulations, and a zoom-in on the
fluid channel of the simulated geometry is illustrated in figure 4.9. In order to counteract
both the chemical zeta potential and the Rayleigh-like acoustic streaming rolls, we want
to create a wall potential, which looks like a sinusoidal curve with a constant elevation.
A direct optimisation method like the Matlab fminsearch is not suited to minimise 18
parameters, when every function evaluation takes several seconds. Instead, the applied
electrode potentials were set to follow

Vo = Vo + Viin sin<(18 —(2n — 1))7r2Welec>, n=1,2,..18. (4.41)
Wch

Here, V1 is applied to the leftmost electrode in the geometry, V5 is applied to the neigh-
bouring electrode, and so on. With this, only the two parameters Vy and Vg, are varied.
The applied external transverse electric field still follows the form in Eq. (4.17). First, no
chemical zeta potential is included, and only the acoustic streaming has to be counteracted
by Visin. Next, no acoustics are included, and only the chemical zeta potential has to be
counteracted by Vp. Lastly, all effects are included together. The optimised solutions are
also shown in figure 4.9. The average streaming velocities with and without the external
electrode potential are given in table 4.2.

An effective streaming reduction is achieved both with and without the chemical zeta
potential. This is reflected both in the low average streaming velocity and in the very
restricted areas where the velocity of the fluid exceeds 3pum/s. Notably, the setup has
trouble with reducing the streaming close to the top and bottom boundaries, although
large areas in the bulk show very low streaming velocities, when the optimised potentials
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Figure 4.9: Optimisation of 18 rectangular electrode potentials. The blue lines mark
contours for |va| = 3pm/s. (a) fluid channel and surrounding electrodes of the simulated
geometry. 18 evenly spaced rectangular electrodes are implemented above and beneath
the channel, and a horizontal symmetry line at z = 0 is used to cut the geometry in half.
(b) solutions without (chem implemented. A shows the solution with no applied potential,
and B is the solution with counter streaming generated by electroosmosis. (c) solutions
without acoustics and only (chem implemented. C has zero applied potential on the external
electrodes, and D shows the optimised solution. (d) solutions with (chem and acoustics with

and without counter streaming from electroomosis.
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are applied. Even though large streaming amplitudes are seen at the boundaries, the large
areas with heavily restricted streaming could be interesting for experimental purposes.

One could likely increase the performance of a system like this by decreasing the chem-
ical zeta potential, increasing the number of electrodes etc. The required applied voltages
are still very high, but one could also place the electrodes even closer to the boundary.
Some experiments with electroosmosis have e.g. separated the electrodes from the elec-
trolyte by a thin layer of oxide [35]. This of course does not circumvent the problem of high
electrical fields, as these scale with the distance between the wire and the fluid channel.
In [9] they even made direct contact between the driving electrodes and the fluid in an AC
electroosmotic setup. One could also look into this possibility in future work.

Instead of attempting a thorough optimisation scheme of systems based on direct cur-
rent electroosmosis, we instead turn to the interesting phenomena of induced charge elec-
troosmosis. This method in principle has some inherent advantages compared to DC
electroosmosis, and it is thus worthwhile exploring it.
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5 Induced-charge electroosmosis

Induced charge electroosmosis (ICEQ) is the principle of generating electroosmotic flows
by purely capacitative means. To do this, AC potentials are utilised to bring about a
harmonic pull and push motion of the ions, which generates a body force in the fluid due
to viscous drag on the ions. While the phenomena may seem more complicated than DC
electroomosis, since the ions are no longer in a simple equilibrium formation, it benefits
from not having to exchange any charges at the electrodes to prevent screening. With this
method, we can hope to circumvent the need of electrolysis or ramified growth.

Early work by Ajdari in 2000 suggested how the effect could be used for creating
micropumps by utilising certain asymmetries in the applied potentials [8]. Micropumps
were also realised experimentally and displayed flow velocities in the 100 pm/s range [9].
This naturally makes ICEQO interesting for the purpose of suppressing acoustic streaming.
While common applications focus on pumping fluid along a channel, we will study the
capabilities of the technique to pump fluid around in a cross section.

5.1 Governing equations

5.1.1 General case

The initial theoretical exploration is largely inspired by [36], which extends and clarifies the
theory presented in [8]. We will not include any chemical zeta potential at the fluid/solid
boundary in our treatment of ICEO. A brief discussion of this is given later. For now, we
just imagine that the theoretical examples reflect microchannels where a surface treatment
has removed chemically generated surface charges. We still assume a quasi-electrostatic
treatment to be reasonable, so the electric field is governed by the Poisson equation. We
also consider a simple ionic solution of a single monovalent cation with a corresponding
monovalent anion. The ionic motion is still governed by the Nernst—Planck equation in
Eq. (2.26a), but an equilibrium solution can no longer be assumed. The fluid flow is still
of sufficiently low amplitude to ignore the non-linear advective term in the Navier—Stokes
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equation. The full system of governing equations thus becomes

Ocr = =V - (cxv—DyVey — pircer Vo), (5.1a)
1

V2 = ——pe, (5.1b)
€f

0=V-o, (5.1c)

pOw = —Vp + Vv — paVo. (5.1d)

The fluid velocity fulfils the no-slip boundary condition. The boundary condition on the
electric potential rises from external electrodes shaping some surface potential at the fluid
boundary. Finally, a zero normal flux of ions is imposed at the walls. The full set of
boundary conditions thus reads

v(sp,t) =0, (5.2a)
¢(805 t) = ‘/eXt(SOa t)7 (52b)
0=n-(—D+Ves — prcr Vo)| (5.2¢)

r=so’

The general system of equations is difficult to work with and offers little to no possibilities
in terms of analytical work. Instead of going directly towards full numerical solutions, we
start the analysis in a heavily simplified regime.

5.1.2 Linearised equations

We initially consider the case where only weak external potentials are applied. To reach
experimentally relevant amplitudes for the streaming, we expect that it will be necessary
to abandon these simplifying assumptions. Thus, it is likely that we eventually have to
analyse the full set of equations in Eq. (5.1).

First, we simplify the equations by considering the case where Dy = D_ = D, such
that gy = —p_ = p. This could be a first approximation for a solution of KCI, where K™
and Cl™ have very similar diffusivities. Assuming that the applied potentials only slightly
perturb the ionic densities, we write

c+ = co + 0c, dct < cp. (5.3)

This essentially brings us in the Debye-Hiickel regime, requiring that Vexy < V. With
this, we make the following approximation for the ionic flux expressions

c+ V¢ =~ V. (5.4)
Furthermore, we introduce the notation
v=cy—c_=0dcy —dc_. (5.5)

Subtracting the positive and the negative version of Eq. (5.1a) and inserting Eq. (5.1b),
we find that

1
o = |DV? — Dy = (v-V)|v. (5.6)
D
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Lastly, we work in the diffusive limit where

D
(v-V) < DV? — R (5.7)
D

corresponding to |vy |/Ap+|vy|/d < D/d?, where d is the typical length scale for variations
parallel to the boundary. It is implicit in this scaling argument that v still only exists in a
thin layer (of length scale Ap) at the boundary, and that the two terms on the right-hand
side partially cancel each other. The linearised system of equations then becomes

O = [sz — D12] v, (5.8a)
>‘D
V3¢ = —@y, (5.8b)
€f
0=V-ov, (5.8¢)
PO = —Vp +nV3v — ZevV . (5.8d)

The positive and negative version of Eq. (5.2c) are also subtracted, and the low potential
assumption is applied to reach

€f
Ze)\QD

0=n- |:VV + ngs} . (5.9)

=80

With this, the electrostatic problem in Eq. (5.8a) and Eq. (5.8b) can be solved with bound-
ary conditions Eq. (5.2b) and Eq. (5.9) independent of the flow problem. In turn, the cal-
culated electric body force can be inserted in the fluid dynamical equations in Eq. (5.8¢)
and Eq. (5.8d), which are solved with the no-slip boundary condition Eq. (5.2a). This is in
essence similar to the way we treat the acoustic streaming calculations with a perturbation
series.

5.1.3 External AC potential
When an external AC potential is applied of the form
Vext(50,1) = Re{Vext(s0) e 7'}, (5.10)
the linearised electrostatic fields can be recast in phasor notation where
v(r,t) = Re{v(r) e Wi p(r,t) = Re{g(r)e '} (5.11)
With these, 9y = —iw in Eq. (5.8a). The electric body force then becomes
fiv = —ZeRe{v(r)e ™ }Re{Ve(r)e '}

€ ; 5.12
_27 (Re{v(r)V¢*(r)} + Re{v(r)Ve(r) e 2'}). (5.12)
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This will give rise to a flow oscillating at double frequency 2w alongside a steady streaming
field, such that

v(r,t) = v(r) + Re{fv®) (r) e 721}, (5.13a)
p(r,1) = p(r) + Re{p)(r) e =21}, (5.13b)
The oscillating velocity can be used to produce mixers in microsystems, but we will be
interested in the time-averaged effect for particle sorting. To summarise, we calculate

the time-averaged streaming induced by an AC source in the weakly non-linear regime by
initially calculating the complex electrostatic phasors through

1
—iwy = [DV2 - D)\Q] v, (5.14a)
D
Z
Vi = -2, (5.14b)
€f

with the boundary conditions in Eq. (5.2b) and Eq. (5.9). With these, the time-averaged
electric body force is determined, and the steady flow is calculated from

0=V-w, (5.15a)

Z
0=—Vp+nViv— ;Re{ngb*}, (5.15b)

and the no-slip boundary condition. Here, v = v(r) and p = p(r) denote the time-averaged
fluid fields.

If one wanted to include a chemical zeta potential in the theory, it would lead to some
initial equilibrium charge density

V = Veq + Vext- (5.16)

The application of external fields would also drag the equilibrium ions to generate a flow
oscillating at angular frequency w. It is not clear if one could assume the time-averaged
problem to be unaffected by this. Because the chemical zeta potential can be relatively
large, the generated flow could couple into the time-averaged problem through the advective
term in the Nernst—Planck equation. Further, when modulating the surface charge with
an external AC-potential, one would reach the steric regime at lower applied peak-to-peak
voltages, if a chemical zeta potential contributes to the charge density. In this thesis, we
keep things simple and assume no chemical zeta potential to be present.

5.2 Effective boundary conditions

In [36] the problem of an infinite half-plane of fluid with a sinusoidal potential applied be-
neath a thin insulating layer is analysed. An external potential at the solid /fluid boundary
at z = 0 follows the form

Vext (y, 1) = Re{Vj cos(qy) e 7 “}. (5.17)
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Based on Eq. (5.8) the oscillating flow component is analysed in the limit of A\p/d < 1,
and it is illustrated how this leads to an effective slip velocity on the bulk streaming of the
form

vgfi"p ox cos(2wt + V) sin(2qy) é,, (5.18)
similar to the classical Rayleigh streaming, where 9 describes a phase difference. Un-
fortunately, it is also mentioned that the steady streaming is found to be of much lower
amplitude than the oscillating flow. The expression for the time-averaged streaming is not
shown in the article, and it is only stated that a complicated expression was determined
and plotted against numerical simulations.

This work inspired the derivation of a more general time-averaged slip velocity for the
linearised problem discussed in the following, where the assumption A\p/d < 1 is used for
otherwise arbitrary wall potentials. The effective boundary conditions will only be derived
for flat walls, but they could likely also be stated in curvilinear coordinates. An example
of how this might be done can be found in the recent work from Bach and Bruus [4], where
a complete treatment of the acoustic slip velocity is done in curvilinear coordinates. In the
final stages of the thesis work, it was discovered that the effective slip velocity developed
in the following is analogue to an already known theory from the ICEQ literature.

5.2.1 Effective electrostatic theory

We will analyse problems where the applied potential varies on length scales d much larger
than the Debye length, such that Ap/d < 1. The applied potential is also harmonically
oscillating at an angular frequency w, so Eq. (5.14) and Eq. (5.15) will be our starting
point. When writing v or ¢, it is thus the complex and spatially dependent phasors we
refer to. Further, v and p will refer to the time-averaged fluid fields.

Consider a wall parallel to the y-direction with z going perpendicular to the wall.
The ionic concentration decays so rapidly in the perpendicular direction that V2 ~ 9? in
Eq. (5.8a) yielding

—iwv = Dd*v — 221/. (5.19)
Ab
The externally applied potential is written as Vext(y) = Vow(y), where w(y) is some slowly
varying (compared to Ap) complex function of y. With this, the approximate solution for
the ionic concentration difference is

1 D
V(Z/? Z) = CUJ(y) e_ﬂelz’ Rel = E 1- 1%7 wp = AT’ (520)
D

where C' is a constant. The phasor for the electric potential is determined by

A
V2 = —;cw(y) erl?, (5.21)
f

The solution will be the sum of a particular solution confined to the boundary ¢ and a
homogeneous solution extending into the bulk ¢°. We find an approximate expression for
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the particular solution by imposing VZ¢*P ~ aggb/\D. With this,

A
2ptr = —E—fGCw(y) e elf = (5.22)
Z
0 = — =% Cu(y) e 7, (5.23)
€fFe)

The bulk potential ¢P is in turn determined by
V2P = 0. (5.24)

The boundary condition in Eq. (5.9) reads

_ ef A b
0= azl/‘zzo + F)\%az((ﬁ D + ¢ )‘2:0, (525)
from which we find w
d.0%| _ = Cu(y)—=> ze. (5.26)
#=0 Kel €f
The applied potential dictates that
b Ze
602 = 0) = Vaw(y) = (9.2 = 0) — 5 Culy). (5.27)
el
Eliminating C from Eq. (5.26) and Eq. (5.27), we find that
.wp 1
Oy 2 = 0) = Vouly) +i- > =0:0"|__. (5.28)

Since the choice of wall-placement at z = 0 was rather arbitrary, we will generally formulate
this as )
#°(s0) = Vow(so) + 12—, 6°(s0). (5.29)
W Kel
wp is related to the timescale of the Debye layer formation. Thus, it makes sense that the
bulk potential is dominant for wp/w < 1, because the Debye layer cannot form before the
potential switches sign. In this case, the quasi-electrostatic problem is almost unaffected
by the pressence of the ions. In a sense, the ions are too slow to react to the rapidly
changing potential. For high frequencies where w ~ wp, the correction to the boundary
condition on the electric bulk potential becomes very small

iDL 5 68(s0)| ~ (An/d)6"(s0). (5.30)

W Kel
The amplitude of this correction is then comparable to terms which were discarded in the
derivation of the boundary condition. In this regime, we cannot expect the effective theory
to hold, although the qualitative behaviour appears to be right. Thus, we will always
assume w < wp, which turns out to be the more relevant frequency regime regardless. For
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Table 5.1: Parameters used for the initial test of effective ICEO boundary conditions.

Ap = (etkpT/2(Ze)?co)/?  9.7nm D 1079 m? /s
wp = D/} 10.6 x 10rad/s | w =5 x 107%wp 5.3 x 103rad/s
Vo 1mV Hy x W, 80 pm x 100 pm

lower frequencies where wp/w > 1, the Debye layer heavily influences the problem with a
divergence for w — 0, where no bulk potential will exist at all due to complete screening.

After calculating ¢, we can find the constant C, and with this v and ¢*P readily
follows. From Eq. (5.26) we have

.WD €fRel

C'LU(SO) = 1?7@

918" (s0). (5.31)

We still denote the direction perpendicular to (and the distance from) the boundary by a
capital Z. With this, we write

= i%%&_gﬁb(so) e ral, (5.32a)
1
0 = =016 (s0) e, (5.32b)

Like the previous effective boundary layer theories, this circumvents the need of resolv-
ing the very thin boundary layer numerically, since the rapidly decaying fields are found
analytically.

5.2.2 Numerical validation of the effective electrostatic theory

The precision of the effective quasi-electrostatic theory is illustrated with an example. The
electrostatic fields are calculated from both the effective and the full theory. A rectangular
geometry of dimensions Ho, X Wy, = 80pm x 100 pm is used. An external potential is
implemented with a somewhat random shape to test the theory with both phase differences
and surface gradients. The external potential on the walls is given by

Wch
2

¢(y,z=iH2Ch

. Y
,2) = Vysin , = ,2) = —W.
)= Vosin(Gil), oy = "5t 2) = Vo
(5.33)
The linearised Nernst—Planck equation for the full theory is implemented on its conven-
tional conservation form

) = FVoe™%, oy = -

erD
Ze)\QD

V. (DVV + ng)) +iwr =0, (5.34)
because COMSOL handles this better.
Only the water with dissolved ions is simulated. The geometry alongside the applied

equations and boundary conditions are illustrated in figure 5.1, and simulation parameters
are stated in table 5.1.
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Figure 5.1: Geometry for effective ICEO boundary condition test. The applied equations
and boundary conditions are stated. The full theory is written in blue, and the effective
theory is the red equations.

The result of the simulation is shown in figure 5.2, where the applied finite element
meshes are illustrated as well. While the required bulk meshes are similar for the full
and the effective theory, the required boundary resolving differs significantly. For the
full model, enough boundary layers are added to resolve the entire Debye layer. For the
effective model, only a single boundary layer is added, which serves to enhance the precision
of normal derivatives.

We notice that the full model and the effective model are very similar in the bulk of
the fluid as expected. The effective model varies very little in the thin boundary layer,
while the full model undergoes a rapid exponential change. This exponential change can be
replicated by adding Eq. (5.32b) to the plot as shown in figure 5.2 (f). It is the knowledge
of this exponential shape that allows us to derive an effective boundary condition on the
fluid velocity v in the following.

The boundary conditions on the potential in Eq. (5.33) are actually inconsistent at the
corners, which caused numerical defects for the full model. However, as long as a refinement
of the corners of the finite element mesh was done, the errors were localised at the corners
within a length scale of less than a micrometer. Inconsistent boundary conditions will also
be chosen in an analysis that follows, and because of the very localised nature of the defects
that this causes, we will not worry too much about the corners. Of course, the inconsistent
boundary conditions are in a sense nonphysical but so is a perfectly sharp corner. We keep
in mind that the inconsistencies in boundary conditions could be resolved locally at the
corners with interpolation functions and rounded corners to make the potential continuous.
This can be done in a way that keeps the same general shape of the physical fields in the
fluid chamber. An example of this is in given when a full non-linear and time-dependent
study is performed in the end of this chapter. For time-dependent calculations, numerical
defects tend to propagate and increase in time, and the corners will thus be reassessed.
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Figure 5.2: Result of the effective quasi-electrostatic boundary condition test for ICEO.
(a) full model finite element mesh with the fully resolved Debye layer. (b) effective model
mesh with a single boundary layer for normal derivative precision. (c¢) ¢ calculated with
the full model. (d) ¢ calculated from the effective model. (e) ¢ and ¢" calculated with
the full and the effective model, respectively, plotted along the black dashed arrow in (c).
The effective solution with ¢*P added from Eq. (5.32b) is plotted on top. (f) the fields

shown close to the boundary (incircled in (e)).
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5.2.3 Effective slip velocity

Since we can calculate the charge density Zev and the potential ¢ by only referencing to
the bulk potential ¢°, we can also determine the electric body force from ¢P. Again, we
consider a solid wall parallel to the y-axis at z = 0 with z extending perpendicularly into
the fluid. The time-averaged electric body force (f},) is split into a parallel y-component
and a perpendicular z-component. We determine the time-averaged electric body force
from

(o) = ~ 2Ry (6" + 6%)"}. (5.35)

Since the bulk potential ¢P varies on the length scale d, and v decays perpendicular to
the boundary on the length scale of A\p, we can assume that V¢P varies very little in
the perpendicular direction before ¥V ¢P* decays close to zero. Therefore, we make the
approximation

V(y7 Z)V(Z)b*(:% Z) ~ V(y7 Z)V(bb*(s())' (536)

With this, we find the following components for the electric body force

<fby> == ;fRe{ia:‘])DK/elangb(so)ay(ﬁb*(So)e—fielz}

9 (5.37a)
€f WD Rel * — Kel 12
+ 2Re{ <w> ?Zl z¢b(30)ayaz¢b (30)6 2Re{ra} }7
€ LW —KealZ
(foz) =— ;Re{ljﬁelaﬁb(so)\ze ° }
, (5.37b)
+ efRe{ <wD> nel8Z¢b(so)\ze_2Re{“el}Z}.
2 w
The steady flow v = v(7) and pressure p = p(r) are then determined from
0=V-v, (5.38a)
0=nViv—Vp+ (fi), (5.38D)
v(sp) = 0. (5.38c¢)

We consider the fluid in a thin layer above the boundary 0 < z < 5Ap. Here, the electric
body force is present to drive the flow. The flow abruptly comes to a stop on the wall and
grows to a value comparable to the bulk streaming at the end of this layer. The variation
parallel to the boundary is always comparable to the variations in the bulk. Eq. (5.38a)
then refinds the relation stated in Eq. (2.47), where v, < v,. We will assume that the
normal component of the velocity field in the boundary layer is small enough that the
normal component of Eq. (5.38b) becomes

0.p = <sz>' (539)
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Integrating this, we find the following form of the pressure

p=— ;fRe{ioflﬁzqﬁb(so)\Qe”e‘Z}

2 (5.40)

+ ;fRe{ (‘*:f) QRS&M}‘@Z&(SO)PezRe{%I}z}_

Taking the divergence of Eq. (5.38b) and using Eq. (5.38a), we find that
V2 — V- (fy) = 0. (5.41)

With the choice of p in Eq. (5.40), it is found that this is fulfilled to first order in Ap/d
V2 = V- (fp) = O([An/d]). (5.42)
The parallel flow component v, is determined from
nV2vy & nd7vy = Oyp — (fiy)- (5.43)

Eq. (5.37a) and Eq. (5.40) are inserted into this, yielding an expression which depends
analytically on z through simple exponential functions. The expression is integrated twice,
and the no-slip boundary condition is imposed to reach

2
vy = 6;Re{ayaz¢b(30)az¢b*(30)}Re{ [1 — e—2Re{ne1}z] (WD) Hd}

w (2Re{kel })?
+ ;fRe{8y3z¢b(80)3z¢b*(30)}Re{ [1 - e_ﬁelz} (?) /@121}
2 . (5.44)
+ LRed |1 —eMelmadz | (ED) Tl 5 sb(gya 0,6 (s0)
7 w ) waERelra]? OO0
— ;f?Re{ [1 - e_"clz} <L:])D> él z¢b(30)ay¢b*(50)}‘

In the bulk of the fluid z 2 5Ap, the electric body force has decayed to essentially zero.
At the same time, the velocity field in Eq. (5.44) has underwent a rapid increase, as
the exponential functions have decayed. The bulk velocity does not vary significantly on
the length scale of the boundary layer, and the rapid growth of the velocity field in the
boundary layer almost happens right on the boundary, when seen from the bulk. The
velocity field is continuous, so the velocity in Eq. (5.44) for z — oo can approximately
constitute the velocity of the bulk fluid on the solid boundaries. The choice of coordinates
was again arbitrary, and the flow in the bulk of the fluid is determined by

0=V- o, (5.45a)
0 =7VZv — Vp, (5.45b)
v(s0) = vl 2, (5.45¢)
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where the ICEO slip velocity is given by

. 2
vl(FO — ¢ [;fRe{anamb(s())amb*(s@)}Re{ (ff),;a - <?> (me?il})s}

el

2
€f wp Rel *
w5 (2) et 0010 00} o

- siref (42 Lors o s0)}|

2n w

Hence, we only need to calculate the electric potential in the bulk to determine the flow in
the bulk of the chamber.

5.2.4 Numerical validation of the effective slip velocity

The simulation shown in subsection 5.2.2 is extended to calculate the flow as well. The
parameters and meshing remain the same, so the electric field illustrated in 5.2 is used
to calculate the streaming. The time-averaged streaming is calculated with the effective
model in Eq. (5.45) and Eq. (5.46) as well as with the full model in Eq. (5.15) and the
no-slip condition.

The results of the simulation are shown in figure 5.3. Line plots of the velocity field
is plotted in the bulk and at the boundary of the fluid. It is also illustrated how well
we can determine the pressure and body force at the boundaries. Again, a very strong
agreement is seen between the effective and the full simulation. The Debye layer velocity
field calculated in Eq. (5.44) is plotted near the boundary on top of the effective and the
full calculation of the velocity field. We notice how it follows the full calculation until
around Z ~ 5Ap, after which it reaches a constant value equal to the initial value of the
effective model. This offset on the slip velocity in the effective model makes it fall straight
onto the full calculation outside of the Debye layer Z 2 5Ap.

The total solving time for the given simulation is around 6 seconds for the effective
theory and 30 seconds for the full theory. For 3D simulations, the discrepancy would be
much larger. For full system 3D simulations, an effective boundary layer theory may even
act as enabling rather than just an improvement in computational footprint, as was the
case for the effective acoustic streaming theory.
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Figure 5.3: Result of the effective slip velocity test for ICEQO. (a) field plot of the velocity
field calculated from the full model. (b) effective model velocity field. (c)-(f) are plotted
along the black dashed arrow in figure 5.2 (c). (c)-(e) are plotted only in the thin Debye
layer. (c) pressure calculated with the full model plotted against the analytical expression.
(d) the parallel body force component f, plotted for the full calculation against the
analytical expression. (e) v, plotted for the full and the effective model. On top is shown
the analytical expression for v, in the thin boundary layer, which is seen to reach a constant
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5.2.5 Simplified slip velocity

We have now derived and numerically confirmed an effective boundary layer theory for the
time-averaged ICEO streaming. However, the relative importance of the separate terms
were not evaluated. We will state the slip velocity as the sum of the following three terms

. | €f
fugl?fo é| [77 < - >Re{6||8ﬁbb so)ﬁﬂbb (so }Re{’%q}

€ ? . el 01¢"(50)0)016™ (s0)  Re{d19"(50)9)9L 6" (s0)}
“5n(2) mel i ( ; Re{r) )}

_ —R {(WD>al¢b(SO)a”¢b (30)}:| o

For the first term, inserting ke = /1 — iw/wp/Ap yields

(5.47)

q<?>Re{aal¢b(80)aL¢b*(so)}Re{;2} e 203
el

n T ﬁRe{anamb (50)016™(s0) }.

(5.48)
To evaluate the second term, we use that two complex numbers z; = a1 + ib; and 2z =
ag + iby satisfy
21 Rez; bQ(CLle — albg) + 1(b1a§ — albgag)

R = e ) : (5.49)
Inserting
= Re{d16"(50)9) 016" (s0)},
b1 = Im{01 6" (509018 (s0)},
(1+w?/w)l/2 +1
az = Re{r}) = v D ~ (5:50)
V2Ap Ap
. \/(1+°J2/w )1/2—1 1w
by = Im{rg} = V2\p 2)\]3 @7

it is found that

e (wp)’ . Kel 019"(50)9)016™ (s0)  Re{d1"(50)9)01™ (s0)}\ | _
5 () me{ e (5 ]

el

2
€f b
—————(aoby — a1b9).
2n< >2a%<a%+b%>(““ aibz)
(5.51)
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Since we are considering w < wp, this is expanded to lowest order in w/wp to find

e (wp)® . el 01¢"(50)9)016" (s0)  Re{d1¢"(50)9016™ (s0)}\ | _
() et (5 R )

%/\% |:<?> Im{aL(;Sb(So)aHanSb*(So)} — ;Re{aLgbb(So)@8L¢b*(80)}:| .

(5.52)
The third term to lowest order in w/wp is found to be
€ w i "
- ;Re{ <D> 78L¢b(30)a”¢)b (80)} =~
n w Kel
(5.53)
€f

777)\1) [(L:]}))Im{anbb(So)a”(f)b*(So)} + ;Re{anbb(So)a”(f)b*(So)}} .

Since 0, ¢" ~ 8Hq§b ~ ¢"/d, the last term is found to be an order of d/\p larger than the
two other terms. To lowest order in Ap/d, we thus find

. EEAD wD 1 *
vl & € Re{ () raLe (B0 (SO)}

w

o (5.54)
2n
The dominant term originally came from the parallel derivative in the electric bulk potential
acting on the electric charge density. We notice that the imaginary part of 9 J_gbb(so)OH #* (s0)
is multiplied by a factor of wp/w as compared to the real part. Since w < wp the
streaming is dramatically increased if this product has an imaginary part. As mentioned
previously, [36] studies a simple spatially and timely harmonic electric potential at the
fluid/solid boundary. A single harmonic mode like that cannot have an imaginary part
in 0 Lqﬁb(so)a‘@b*(so), leading to the reported smallness in the time-averaged streaming.
This is illustrated in the following, alongside a theoretically simple way of "fixing" this
apparent problem of the low streaming amplitude.
Lastly, we write the slip velocity on another form. From Eq. (5.32a) we find the complex
amplitude of the charge per surface area oq(r) that accumulates in the thin Debye layer.

~
~ e”

[(?)Im{@Lgbb(So)anqbb*(sO)} + ;Re{@Lgbb(SO)a”be*(sO)}} )

ga(r) = /Ooo Zev(r)dZ = i‘%)efamb(so). (5.55)

Defining the electric bulk field tangential to the boundary by Eﬁ’(so) = —8||¢b(so), the
slip velocity in Eq. (5.54) can for w < wp be written as
ICEO _ 5 1 1 b
vslip = €||27Re :Ue](so)EH (SO)
;7 el (5.56)
~ é|| 7D<a.el(807 t)E|]|D(SO> t)>>

where the notation from Eq. (2.5) has been used. This form is also stated in the early
work of Ajdari from 2000 [8] with no derivation.
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5.3 Examples of linearised induced charge electroosmosis

We proceed the project by studying some examples of ICEO. We seek intuition about the
shape and amplitude of the AC induced steady flow for a given set of boundary conditions
for the potential. The effective electrostatic theory and the reduced expression for the
slip velocity are used to perform a series of analytical calculations that are compared to
numerical simulations. These examples are used for a physical discussion that elaborates
on the nature of the streaming induced by ICEO.

5.3.1 Single mode

Yet again, we consider a rectangular fluid channel of dimensions Hg, X W, with an yz-
coordinate system centered in the middle of the rectangle as illustrated in figure 5.1. The
strategy will be to chose a desired boundary condition on the electric potential at the top
and bottom boundaries and then proceed to determine the boundary conditions on the
chamber sides afterwards. For a single sinusoidal mode, the boundary conditions on the
electric potential are formulated as

. Y
=+Hy/2) =s
wly.z = £Ha2) = sin( 7L

>, w(y = £Wa /2, 2) = tw(z), (5.57)
where w(z) is some symmetrical function that we will choose later. The governing equation
for the electric bulk potential is simply the Poisson equation

V2P (y, z) = 0. (5.58)

We seek a separable solution of the form ¢P(y,2) = Y (y)Z(z). A qualified guess for the
shape of the function is chosen as

b . Yy Tz
,2) = Asin cosh . 5.59
.2) = sin( 7 ) comn 777 ) (5.59
The boundary condition in Eq. (5.29) for z = £ Hy, /2 yields
wHp, wp T . wHp,
A cosh = > =WFi— Asmh<:|: =, 5.60
<2WCh 0 W Kel¥Vch 2WCh ( )
or "
A= 0 . (5.61)
cosh (5y2) + 12 2w sinh (5722

Applying the boundary condition at y = W, /2, we find that

+ Acosh< e ) = £Vhw(2). (5.62)
ch
Now, choosing that
cosh(‘f[;z )
w(z) = e (5.63)
COSh(QWEE) +i%P Slnh(ZWZ:)
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the solution for the electric bulk potential becomes

Vo sm(Wy ) cosh(

)

(Y, 2) = —— o (5.64)
cosh( <h ) +i5k LT smh( <h )
With this, we find that
b bx*
ay¢ 8Z¢ |y:iWCh/2 = O) (565&)
1/ 7\ mH 27
b bx* _ 2 . ch . Yy
0.¢°0y¢ ’z:iHch/2 = +|A| 1 (Wch> smh< W ) SID<WC}1>. (5.65b)
Since é(y, z = £He/2) = F€,, the slip velocity is given by
VIEO (y = £ W /2, 2) = 0, (5.66a)

2
ICEO L EAD [T . (mHexp\ . (27my
sh;la3 (y,2 =%Hy/2) = —€é, 1617 <Wch> |A[281nh< W ) Sln<WCh>. (5.66b)

The solution has the optimal shape for stopping the classical Rayleigh type streaming, but
the amplitude turns out to be vanishingly small. The solution grows towards a maximum
and approximately constant value for frequencies in the regime wpmAp/ W < w < wp.
In this limit, it is found that

2 h ﬂ'Hch )
LICEO P €FAD Vbz < ™ ) tan ( W ) . < 2Ty )
: ,2=xHy/2 sin . 5.67
Vgl P (y h/ ) €y 1677 Wch cosh ( TrHChh ) Wch ( )

Going back to the standard He, X W, = 160 pm x 375 pm fluid cross section and keeping the
remaining parameters from table 5.1, this corresponds to an amplitude of 3.97 x 10~ m//s.
This can also be validated numerically, although the chosen boundary conditions turn out
to produce numerically very unstable solutions, because 0 mb(so)a‘@b*(so) is strictly real.
Since the electric bulk potential is complex, small numerical errors lead to imaginary parts
in this term, which cause large deviations from the analytical expression. With such a
small predicted streaming amplitude and high instability to small variations, this solution
is rather academical and not very interesting for practical purposes.

One should also be aware of the way in which the boundary conditions on the electric
potential were chosen to nicely fit the simple mode in the electric bulk potential. The
boundary condition on the real electric potential happens to be discontinuous in the corners.
As discussed above, this makes the simple mode nonphysical, but one should think of the
mode as a guiding calculation for the overall shape of the potential.

We can use the analytical expression to illustrate the physical reasoning behind this
vanishingly small streaming. The explanation is found from the expression for the charge
density. Since

. WD €fKel

v=i——""01 P°(s50) e Fe1Z, (5.68)

and ke &~ 1/Ap for w < wp, the charge density is almost completely out of phase with
01 #°(s0). A single mode will drag electric charge towards the surface through its perpen-
dicular gradient and then vanish before the charge density is established. Thus, the parallel
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Figure 5.4: Field plots with Debye layer illustrations of a single ICEO mode shown at
w = 10mwpAp/W. The black arrows illustrate the electric bulk field E® = —V¢P, and
the scaling is identical for all plots. The electric bulk potential ¢P is illustrated in the full
chamber (above), and the electric charge density po = Zev is illustrated in the thin Debye
layer at the bottom boundary (below).

gradient will not get to act on the electric charge density. This is illustrated in figure 5.4,
where field plots of the analytical electrostatic solution are shown for w = 10wp7Ap/Wep.
The electric field associated with the bulk potential, E® = —V¢P, is also plotted alongside
pel = Zev contours calculated from Eq. (5.32a) at the bottom boundary for the solution
found above. Notice how the electric field lines vanish just as the Debye layer is fully
established. To circumvent this, one could imagine running another mode in phase with
the electric charge density. This possibility is explored in the following subchapter, where
a linear mode is superimposed on a sinusiodal mode.

5.3.2 Double mode

To generate a desired double mode in the electric field, a boundary condition is chosen
as the sum of a sinusoidal and a linear mode at the top and bottom boundaries. The
calculation essentially goes like in the last example. The boundary conditions on the full
electric potential are formulated as

2 g 2
w(y, £Hey/2) = [sin( Wy) +e19—y],

Wen Wen
(W /2, 2) = + [(1 WD ) 0 .(wD> 27 cosh(#72)
w h ,R) = +1— e —1| — c
c w KelWen w ) KeWen cosh(%f_cchh) +i% %12‘;6}] Sinh(%chh

(5.69)

ik
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where 0 is the phase constant of the linear mode. The Poisson equation with the boundary
condition in Eq. (5.29) then yields the following solution for the electric bulk potential

Vi h 2z : 2my )
&y, 2) = o ) sin(ivs,) S—— (5.70)
COSh(ﬂ— Ch) + lw"-]}) Hel‘;ch Slnh(q/vcchh) WCh

In the limit of w < wp where ke ~ 1/A\p, we approximately have
b bx*
0y@°0:0""|_yy., o =0 (5.71)

<7TV0>2 sinh(z%HCh)sm(é[Zy)
‘ Cosh(”HCh) +i%- sn1h(7rHCh ) }
2 H,. 2 . 12 (mH, 2
4wv2ei9[28mh( St sin () — i sinb? () sin (72
2(mH, H, 2 ’
cosh (7;4/7chh) + (— sinh (f- Chh))

(5.72)
where we defined w* = w2rA\p/We, following the notation in [36]. We notice that one of
the real terms has a factor w*/w, which could make it much larger than the imaginary
terms for small frequencies w < w* with certain choices of . However, when inserted in
Eq. (5.54) the imaginary term is multiplied by the factor wp/w. Because wp is a factor

d/A\p larger than w*, the imaginary part will indeed always dominate the slip velocity.
Keeping only the imaginary term, we find the slip velocity

OIEO (£ W, /2, 2) = (5.73a)

b b
9:0°0y¢ ’z:iHCh/2 - 2

viCEO(y 4 H . /2) = &
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Vsli = €y
P W z
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€
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(5.73b)

Again, the slip velocity is of the desired shape. However, this time it is of much larger
amplitude than the expression derived in the previous subchapter. It should be noted that
the direction of the streaming rolls may reverse depending on the chosen value of 6.

The peak amplitude of the slip velocity at y = £Wy, /4 will of course vary with . We
will denote the value of # leading to the maximal peak amplitude by 0,p¢. The expression
vICEO (W, /4,4 Hy,/2) is differentiated with respect to 6 and by setting this equal to

y,slip
zero at Ogpt, it is found that

W

w* tanh(m)

Oopt = tan~ ! [
Wch

} + nm, n € N. (5.74)

It turns out that n = even gives the Rayleigh slip velocity, and n = odd produces a reversed
Rayleigh slip velocity. We insert n = 1, and at this choice of 8 the slip velocity becomes

VIO (£ W /2, 2) = 0, (5.75a)
: 21y 9
SIN\ 77— V-
iﬁfo(y,iﬂchﬁ) 6. vICEO (Wch) 7 ICEO _ “Yo (5.75b)

2
1+ . we
2 2 s
\/ w*2 tanh ( chh‘)



62 CHAPTER 5. INDUCED-CHARGE ELECTROOSMOSIS

For the usual parameters, this means that at w <« w* tanh(%cchh) = 1.5kHz the peak
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Figure 5.5: Analytical and numerical calculations for a simple ICEO double mode. (a)
the peak amplitude of the parallel slip velocity at the top and the bottom walls of the
fluid channel. (b) numerical and analytical field plots of the electric bulk potential with
added contour lines shown at resonance. (c) numerical and analytical line plots of the
electric bulk potential shown along the black dashed arrow indicated in (b). (d) field plots
of the steady streaming at resonance. (e) parallel slip velocity plotted along the bottom
boundary as indicated by the black dashed arrow in (d).

amplitude of the slip velocity will be v'®F© = 2.1nm/s. This is a factor of d/A\p ~ 10°
larger than what was found for the single mode. However, some care should be taken
in terms of this result. Turning back to the boundary condition in Eq. (5.69), we see
that the amplitude of the applied potential at the chamber sides will be much larger
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Figure 5.6: Field plots with Debye layer illustrations of a double ICEO mode shown at
w=uw tanh(”HCh) The black arrows illustrate the electric bulk field E® = —V¢P, and

the scaling is identical for all plots. The electric bulk potential ¢P is illustrated in the full
chamber (above), and the electric charge density pe) = Zev is illustrated in the thin Debye
layer at the bottom boundary (below).

than Vj for w <« w*. Luckily, the amplitude of the streaming does not drop particularly
fast for increasing w, and at e.g. w = w*tanh (”HC“

h) we still have a slip velocity of
vICEO /\/2 = 1.5nm/s for |p(s0)| ~ Vo = 1 mV.

For different choices of 8, there can be finite and non-zero resonance frequencies, and the
direction of the rolls may switch depending on the frequency. This is illustrated in figure
5.5, where the analytical solution is compared to numerics for different # and varying w.
Furthermore, field plots of the optimal phase solution are also shown at w = w* tanh(%j).
Excellent agreement is seen between the numerical solutions and the analytical expressions
for both the potential and the slip velocity. It turns out that w tanh(”HChh) is the resonance
frequency for § = —m /2. This result is easily shown analytically by inserting § = —m /2
into Eq. (5.75b) and optimising the amplitude with respect to w.

The physics behind this much increased streaming is presented in figure 5.6 through
another series of field plots with the Debye layer illustrated. The electrostatic fields are
plotted at w = w tanh(”HCh) for 6 = 0,p. Now we notice that the linear mode is present
alongside the charge dens1ty established by the sinusoidal mode. As the charge density
switches sign, the electric field from the linear mode also turns, leading to a body force
constantly directed towards the center of the chamber. Changing the phase by 7 will of
course simply reverse this pattern.

Another way of generating the reverse Rayleigh slip velocity is to combine sinusoidal
modes out of phase. When the modes deviate by a full wavelength, a Rayleigh or re-
verse Rayleigh streaming pattern is generated depending on their phase difference. These
solutions do not add much new to the analysis above, and the discussion is left to the
appendix.
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5.4 Higher voltages

To linearise the theory of ICEO and eventually develop the effective theory presented
above, we had to assume that Vjy < Vp. This led to streaming velocities around 1.5nm/s
at Vo = 1 mV. Extrapolating the linearised theory to higher voltages, Eq. (5.75b) suggests
that one would need around Vo = 260 mV or Vy &~ 10V to generate streaming of the order
of 100 pm/s. We notice that the required voltage is close to the critical potential calculated
in Eq. (4.22) thus bringing us into the steric regime.

We will not take into account steric effects in this thesis. The guiding value of |v| ~
100 pm/s is not a strict limit either way, and one could significantly lower this by using
weaker acoustical fields. However, this will also cause a corresponding decrease in the
acoustic radiation force accountable for the wanted particle sorting. Certainly, one will need
to at least leave the linear regime for many experimental purposes. Thus, it is necessary
to study the fully non-linear problem. In the following, we will simulate the full time-
dependent electrokinetic problem, and it is explored how well the linear approximation
describes the qualitative behaviour of the system, when the non-linear effects become
significant.

5.4.1 Numerical implementation

We now implement the full non-linear and time-dependent electrokinetic problem stated

in Eq. (5.1) in COMSOL. Going from a linearised frequency domain calculation to a fully

non-linear and time-dependent calculation will not only complicate analytical calculations,

as numerical computations start to become unstable for increasing non-linearities. The

following study is largely inspired by the work presented in [22].
The oscillation period is denoted by T and given by

_ 2w

T (5.76)

w

We consider the same mode that we just treated with the boundary conditions in Eq. (5.69).
For the full time-dependent simulations, the phasor notation is discarded, and everything
is implemented as real and time-dependent fields. The optimal phase difference 6 = 0gp¢
and w = w* tanh(%cchh) are implemented in all simulations. The only varying parameter
will thus be Vj that is gradually increased into the non-linear regime.

To help the full simulations converge, the inconsistency in the boundary condition at
the corners is fixed. Rounded corners of radius R = 1000Ap &~ 9.7 pm are implemented,
and the two symmetry planes in the problem are utilised to simulate only a quarter of the
geometry as illustrated in figure 5.7.

The boundary condition on the potential follows the form from Eq. (5.69) outside of the
curved corner. The potential values at the two edges of the quarter circular corner marked
with red dots in figure 5.7 are denoted ¢; and ¢3. From these points, the potential is
"stitched" together by a smooth interpolation function on the quarter circle. The function
is chosen to generate a surface potential, which is both continuous and has a continuous
first-order derivative along the boundary. For this, a third-order polynomial in the corner
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angle ¢ is chosen. The potential values at the two edges are

_ . _ —iwt .wp 2 i0
¢1 = Oo(Wen/2,Hen /2 — R, t) = Re{VOe [(1 + i— K61W6h>e (5.77a)
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w KelWeg

$2 = d(Wen/2 — R, Hep/2,t) = Re{Voe_iwt [sin(

WCh Wch

(5.77b)

Correspondingly, we have the first-order derivatives along the boundaries

2m(Wep /2 — R)) N o0 2(Wen/2 — R)] }

. 27 \2 . 27T(Hch/27R)
) sinh ( ==~
0, = 0.0(Wen /2, Ha /2 — Rot) = —Re{voe—lwt(“‘)) — (Xf};) .wD( e :
W J Kel cosh( e ) +i=P raWa Slnh( 7
(5.78a)
: 2m 2r(Wea/2 — R g 2
(;5’2 :ay¢(WCh/2_R7Hch/27t) ZRQ{‘/OG lwt |:VVCh COS( ( (I:j[l/{h )> +819W/Ch:|}
(5.78b)

Between the two edges of the rounded corner, the potential takes the form

Z—Hch/2+R

_ 2 3 _
¢corner((p> - CO + CI‘P + 0280 + C3(P ) ® arctan (y — Wch/2 + R) . (5'79)

Now, requiring that

Peorer(p = 0) = ¢1, Peorner (¢ = g) = @2, (5.80)
D Beomer(p = 0) = R, Opbeomer (¢ = 5) = —Réh,
we find that
Co = ¢1, Cy = R¢), (5.81)
Oy = _ 2(2mR¢} — mR¢ + 6[¢1 — ¢2])’ Oy = ATR(¢} — ¢5) + 16(¢1 — ¢2)

2 3

To enable COMSOL to get a grasp of the solution, the voltage is gradually ramped up
during the first oscillation period through the function

Vo(t) = VOOO% (1 4 tanh [8”; — 3] ) (5.82)

Furthermore, the advective term in the Nernst—Planck equation c4v is only implemented
for ¢t > 0.17. Hopefully, this does not influence the solutions significantly, as the streaming
is rather low for initial time steps. The generalized alpha solver is used in COMSOL with
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Figure 5.7: Geometry for full non-linear and time-dependent simulations. The two sym-
metry planes of the problem are utilised to lower computational footprint, and the top
right corner is rounded. The red dots mark the bounds of the interpolation function used
to generate a consistent boundary condition on the potential.

constant time stepping set to dt = 7'/128 and a damping factor of 0.5. For voltages above
V5© = 1mV, the Jacobian of the system was set to update at every iteration to increase
stability.

In the voltage range where the linearised theory is valid, we assume the velocity to
follow the form

v(r,t) = v0(r, t) + v*(r, t) cos(2wt), (5.83)

where the time-dependencies of v° and v’ describe an initial transient period until the
flow is fully built up. The solutions can then be time-averaged, and after the transient
period we would expect to find a v? that is essentially equal to a solution found in the
frequency regime with the linearised theory. This is similar to the method in [22], where
around 1000 oscillation periods were needed to reach a stable solution. In this article,
the transient study was performed for an acoustic resonance that builds up gradually in
time due to constructive interference of waves. We do not expect that nearly as many
oscillations are needed to develop the electrokinetic flow, since this is not resonating in
nature. In the remaining part of the chapter, solutions found in the transient simulations
are denoted with explicit time-dependency ¢(r,t) and v(r,t), whereas the solutions found
in the linearised frequency regime are denoted ¢(r) and v(r).

The time-average of a field A(r,t) is given by

t+T/2
(A(r,1)) = /t o A(r,t)dt’. (5.84)

The integration is performed in Matlab as a fifth-order Romberg integration scheme adapted
from the supplementary material of [22].



5.4. HIGHER VOLTAGES 67

(a) (b)

—P,: ¢ | LAA~
— L ] ) \4
= 0.1 -==P,: ¢ i-;/
k=) =
= =09t
£ 005 =
\Q/ é —Plzvy
08} -==Py:v
0 L L L L L
6 8 10 12 2 4 6 8 10 12
t/T t/T

Figure 5.8: Test of the transient period of our ICEO flow at V;* = 1mV. (a) the time-
averaged electric potential (¢(7,t)) in the two points P, and P». (b) time-averaged and
normalised fluid velocity components (v;(r,t))/v;(r) in the two points.

5.4.2 Results

First, we check whether or not we can reproduce a frequency domain result with a tran-
sient simulation at V® = 1 mV. For this, we simulate the above mentioned geometry and
boundary conditions in the frequency regime and for the full equations. To check when
a stable solution is reached, we plot the time-average of the physical fields ¢(r,t) and
v(r,t) in two different points of the solution for different times. The two chosen points
are P1 = (yl,zl) = (Wch/4a Hch/2 — 5>\D) and PQ = (yQ,ZQ) = (Wch/& Hch/2.5), which
are also illustrated in figure 5.7. The resulting time-averaged fields are found in figure
5.8, where the velocity field components are normalised with respect to those found in the
frequency domain v;(7). We notice some initial oscillations in the time-averaged velocity
field that dampen out exponentially in time. Simultaneously, the time-averaged electric
potential goes towards zero as expected. After 4 to 5 oscillations, the flow appears to
be very stable. The described simulation took approximately 12 minutes per oscillation
period. Unfortunately, this increases to around 8 hours per oscillation period, when the
Jacobian has to update at every iteration for higher voltages. Due to limitations in time,
we go close to the limit of the steady area and only simulate the first four oscillations
corresponding to a best possible time-averaged value evaluated at ¢t = 3.57". For the case
of V5° = 1mV, this still brings us well within 1% of the steady level of the time-averaged
fields, and the assumption will be that this trend continuous for higher voltages.

The time-averaged velocity field at ¢ = 3.5T for the transient V5 = 1mV simulation
is shown alongside the corresponding frequency domain simulation in figure 5.9. We see
a remarkably close resemblance between the fields, which serves as a validation of the
compatibility of the respective theories. Both the analytical expression for the electric
potential without the rounded corners and the corresponding effective simulation of the
vertical velocity component are also plotted in the line plots. We notice that the solution
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only got slightly perturbed by fixing the boundary conditions.

Next, the voltage was gradually increased, and the time-averaged velocity was probed
in P, and P, as a function of the applied voltage. The resulting values are plotted in
figure 5.10, and the expected scaling of (V)2 from the linearised theory is plotted on top.
We notice that the linearised theory appears to predict the quantitative values very well
even at Vy3° = 75mV, where the theory was expected to have broken down. This was the
highest voltage where a solution was attained. A field plot of the transient time-averaged
solution compared to the frequency regime calculation can be found in the appendix. The
figure is completely analogue to the one found in figure 5.9, where strong qualitative and
quantitative agreement between the simulations is seen. Further inspection reveals that the
transient theory predicts streaming velocities approximately 1% lower than the linearised
theory at this point.

Higher voltages were also attempted, but for V7 = 100mV the described procedure
did not converge. A change to the BFL solver, which should be more stable and well suited
for diffusion/advection problems [37], was also attempted with no resulting convergence.
Due to limitations in time, no further numerical schemes were attempted to solve the
convergence problem for higher voltages.
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Figure 5.9: 1 mV ICEO flow calculated transient and in the frequency domain. (a) field
plots of the velocity fields. Both the frequency domain simulation and the time-averaged
transient results are shown. Line plots are shown along the green dashed arrow at z =
H/2.5. (b) the electric potential calculated with the transient simulations and in the
frequency domain shown at wt = 37T (the beginning of the fourth oscillation, corresponding
to the real part of the frequency domain ¢(7)). The analytical result without the curved
corners from Eq. (5.70) is plotted on top. (c) horizontal component of the time-averaged
velocity field from the transient simulation and from the frequency domain calculation.
The effective simulation without the curved corners is shown on top.
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Figure 5.10: Time-averaged ICEO streaming amplitudes plotted for varying applied volt-
ages at P; and P,. (a) (vy(r,t)) plotted in Py. (b) (v.(r,t)) plotted in P,. The predicted
values from the linearised theory are shown on top.



6 Combined acoustics and induced
charge electroosmosis

In the previous chapter, our theory of ICEO was based on some surface potential ¢(sg,t)
that is evaluated on the stationary chamber walls at sg. When acoustics are applied,
the electric surface potential will be evaluated on a surface shifting its position in time.
Because we now have two separate frequencies (the acoustic and the electric), the notation
wae 1s introduced for the acoustic angular frequency, whereas w remains to be the frequency
of the alternating current. The boundary condition on the potential thus becomes

d(so + 81) = Re{Vow(so + 81) exp(—iwt)}, 51 = Re{sj exp(—iwact)}, (6.1)

where w is some function of the wall position. To take into account the motion of the wall
in the acoustic boundary layer theory, Bach and Bruus [4] made a Taylor expansion in
v(8o+ §1), where they assumed smallness of s; compared to the boundary layer thickness.
The expected wall deflections in microchannels under acoustic actuation are typically of
the order of nanometer, which make them comparable to the thickness of the Debye layer.
This could make for a quite complicated theory of ICEQO if the wall motion was to be taken
into account.

Luckily, we found that the desired operating frequency of ICEO, w ~ 1500 rad/s,
is around four orders of magnitude lower than the typical acoustic resonance frequency,
Wres ~ 107rad/s. Thus, we can reasonably assume the two phenomena to be separated
so heavily in time that they will not influence each other. Physical phenomena on the
timescale of the electric oscillations will happen during thousands of acoustic oscillations.
Due to this, they will appear to happen at the time-averaged wall position. The time-
averaged wall position is of course simply sg for time-harmonic acoustic actuations.

The non-linear advective term in the Nernst—Planck equation did not influence the DC
electroosmotic problem, but for ICEO at |v| ~ 100 pm/s this term can heavily influence
the problem. One could then worry that the acoustic streaming would also couple into
the electrokinetic problem through this term. Because the Debye layer is much thinner
than the viscous boundary layer, the acoustic streaming has only reached a fraction of its
maximum value in the Debye layer. As long as equally large acoustic and electroosmotic
streaming is assumed, the electroosmotic streaming will dominate the behaviour of the
ionic advection. The theory of ICEO for streaming velocities of similar magnitude to the
acoustic streaming was formulated as a Stokes flow with a non-linear electric body force.
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With the separation in length- and timescales, the two theories should combine trivially
to the sum of the acoustic streaming and the ICEO streaming.

The highest voltage ICEO streaming we managed to simulate at V{7 = 75mV reached
a peak streaming amplitude of a little over 8 um/s. Compared to typical acoustic streaming
velocities, this is a bit in the low end but within an order of magnitude of typical values.
The acoustic streaming scales with the square of the driving voltage (or in this thesis the set
displacement amplitude dj), and one can simply lower this to reach an acoustic streaming
peak amplitude of 8 pm/s. This can at least show us theoretically how well the considered
ICEO mode matches the streaming of the acoustic half-wave mode in terms of qualitative
patterns. For the acoustics simulations, the corner is rounded to match the ICEO geometry
from the end of the previous chapter. The rounded corners remain at rest in the acoustics
simulations, and only the vertical sides are actuated. We use the same actuation pattern
as for the standard acoustics simulations given in Eq. (3.9). A new resonance frequency
is probed for by sweeping in frequency and finding the maximal average acoustic energy
density

1 1
Eq.c = 1/70‘”1‘2 + ZHS‘pl‘Q- (6.2)

The resonance frequency facres only changes slightly from 1.993 MHz to 1.996 MHz. On
resonance, the acoustic first-order pressure and the acoustic streaming qualitatively resem-
ble that of the standard acoustics simulation with the amplitude being slightly lowered.
Lastly, the value of dy is changed to match the horizontal component of the acoustic
streaming with that of the time-averaged ICEO simulation at V7* = 75mV in the point
(y,2) = (Wen/4, Hen /2.5).

The separate streaming patterns are shown together with the sum of the two in figure
6.1. Contours are shown for areas where the streaming amplitude exceeds 0.5 pm/s. For
the combined phenomena, this only happens at the boundaries, where we have a mismatch
between the length scales of the establishment of acoustic streaming and ICEQO. Line plots
are also presented of the streaming with a zoom-in on the boundary layer. We notice how
the rapid growth of the velocity field in the Debye layer ends up acting as an offset for the
acoustic streaming that tends close to zero at the end of the viscous boundary layer. This
is of course exactly what was previously captured by using two separate slip velocities in
our study of DC electroosmosis combined with acoustic streaming.
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Figure 6.1: Acoustic streaming combined with ICEO double mode. (a) equally scaled
field plots of the acoustic streaming, the ICEO double mode, and the combined streaming,
respectively. (b) the horizontal velocity component v, (or vy, in case of the acoustic
streaming) plotted along the green dashed arrow in (a). (c¢) zoom-in on the boundary layer
region marked in (b).
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7 Conclusion and outlook

The two separate physical phenomena of acoustic streaming and electroosmotic flows were
discussed. We used the Stokes flow formulations of acoustic streaming and DC electroos-
mosis alongside a fast relaxation time of ions due to convection to argue that the two
phenomena combine trivially.

Due to the boundary driven nature of both electroomosis and acoustic streaming, we
were able to suggest potential microfluidic designs with integrated acoustics and controlled
electroomosis that could drastically reduce acoustic streaming. We demonstrated how
optimisation algorithms could be integrated into numerical simulations to optimise the
setups.

We then discussed a series of problems that may be associated with the use of DC
electroosmosis. The problems related to a generation of a tranverse electric field appear
rather tedious to resolve experimentally. A more thorough theoretical study of the potential
solutions to this electrokinetic problem and their influence on the acoustic problem could be
conducted in future work. To circumvent the trouble of the complete electrode screening,
we then turned to a study of induced charge electroosmosis.

We analytically and numerically validated an effective slip velocity for the low voltage
limit of ICEO theory. The effective theory was in turn used to perform analytical calcula-
tions that guided us towards the working principles of an ICEQO reverse Rayleigh streaming
pattern. This study led us towards the exploration of multi-mode ICEO, where optimal
phase-differences between the separate modes could be found analytically. The physics
behind a significantly increased streaming through the combination of modes was revealed
to be a manifestation of phase-matching between the electric field of one mode and the
electric charge density generated from the other mode.

The work done in the low voltage regime was extended into the more non-linear regime
through full numerical simulations. These simulations showed strong agreement between
the linearised theory and the time-average of the full non-linear dynamics at unexpectedly
high voltages. We successfully simulated transient electrokinetic flows close to 3Vr.

Lastly, we argued that also ICEO combines trivially with acoustic streaming for experi-
mentally relevant driving frequencies due to a vast seperation in timescales. A combination
of a standard acoustics simulation and the strongest simulated ICEO flow suggested that
a significant streaming reduction could be attained through a simple ICEO double mode.

In future work, one could look into the reasoning behind the unexpectedly high area of
validity for the linearised ICEO theory. Furthermore, it would be of practical interest to
extend further into the non-linear regime to reach higher streaming velocities. It would also
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be of interest to gradually increase the realism of the system to include external electrodes.
One could also take into account the presence of a chemically generated surface potential.

For both DC electroomosis and ICEO, we could introduce mechanical vibrations and
a piezoelectric transducer in future work to simulate fully functional microfluidic systems
with integrated acoustics and electroosmosis. With the established effective boundary
layer models, one could also attempt to model full three-dimensional systems to increase
realism. Lastly, we should undergo a more thorough study of optimal materials for said
designs. Our hope is that more elaborate models of these systems could eventually motivate
an experimental study and lead to effective control over the often problematic acoustic
streaming.



A Analytical Stokes flow above in-
finite half-plane

We here show an interesting analytical calculation connected to the external electrode
tests in chapter 4.2, which turned out not to be very relevant for the project. When the
externally applied potential is low enough that

Zel\p €
D 0, (o) < 1, (A1)
we find from Eq. (4.13) that
EO . ADEt
V3 slip ~ n aJ-(b ( ) extH(sO)' (A2)

Considering an infinite half-plane at z = 0 over an external cylindrical wire, we find an
approximate slip velocity of the shape

. A
v2(y,0) = e (A3)
For at simple incompressible Stokes flow governed by
0=V- V2, (A.4a)
0= —Vpy + Vv, (A.4Db)

this can be solved analytically. The classical Rayleigh calculation for a Stokes flow with
boundary condition

oy, 0) = &, cosky), )

yields the solution
vl oy — ek (&, cos(ky)(1 — kz) + é. sin(kz)kz]. (A.6)

We now use the following Fourier transformation

exp(iky A T g
dy = —=4/ = . A.
b +BZ} ,ﬁzw/ooyuB? Y B\/;e (A7)

7
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From the inverse Fourier transform, we find that

A = A/ cos(ky)e BF dk. (A.8)
0

y2+ B2 B
The boundary condition in Eq. (A.3) can thus be formulated as an integral over the
Rayleigh slip velocity, and the full solution can correspondingly be formulated as an integral
over the Rayleigh solutions.

A A [ Bk
v2y(y,0) = 2+ B = B/o cos(ky) e dk, (A.9)
and for arbitrary z-values
A o
vay (Y, 2) = B / cos(ky)e e BF(1 — kz) dk (A.10a)
0
_ A (B? +2B2%z + (y? + 2%)B + 2y%2)
B B2 + 2Bz + y? + 22
A o
v (y,2) = 5 / sin(ky) e e P¥kz dk (A.10b)
0
_A 2yz(B + z)
- B(B%2+2Bz+y?+22)

For the cylindrical wire potential, we have that

o )\D €g 2¢OB

A =
7 arccosh ( g)

| Eexq |, B? = d? — d®. (A.11)

This solution only resembles that of a finite geometry very close to the Lorentzian slip
actuation. This is illustrated in figure A.1, where the analytical calculation is shown beside
that of a numerical calculation for the finite Hcy, X W, = 160 x 375 pm geometry. For the
shown simulation, ¢ = 0.1pm, d = 0.21um and ¢g9 = 1V were chosen. We notice that the
qualitative features of the two solutions differ significantly, even for a,d < Wy, Hen. The
analytical solution simply shoves fluid from left to right, whereas the fluid flow turns into
a roll in the finite geometry. The quantitative features of the high velocity contours are,
however, similar.
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Figure A.1: Flow from a cylindrical wire potential for a finite and infinite geometry. (a)
the analytical solution in Eq. (A.10). (b) numerical solution in the finite geometry.



80 APPENDIX A. ANALYTICAL STOKES FLOW ABOVE INFINITE HALF-PLANE



B Combining sinusoidal modes in

ICEO

We consider the ICEO streaming generated by two superimposed sinusoidal modes. From
the effective ICEO theory we see that we essentially want to consider

Vipb =0, (B.1a)
wp 1
¢(s0) = Vow(so) +i——08, 6" (s0), (B.1b)
W Kel
ICEO _ _ , €&Ap (wp b b
Vaip -~ = (S0) = €| o \w Im{0, ¢°(s0)9)9""(s0)}- (B.1c)
The following constants are defined
1
Ay = ke H, wp k27 i (knH (B.2)
cosh( Wcﬁh) +i=t an smh( Wd:h)
We apply the boundary conditions
. [ n2my . . [ m2my
+Hu/2) = |s B.3
wly. /) = |sin 77 ) +isin ()|, (B.32)
wp 27 n27rz> ) <m27r2> }
w(EWew/2,2) =i— nA,, cosh —1)"™ +imA,, cosh —1)m.
( h/ ) w KaWen |: < Wen ( ) Wen ( )
(B.3b)

This leads to the following form of the electric bulk potential

2 2 2 2
qbb(y, 2) =Wy [An cosh(%f) sin(%:/) + 1A, cosh<7r‘ivz;z> Sin(%{/i?)]' (B.4)

With this electriv bulk potential, we find the slip velocity

vlin Oy = £Hen/2,2) = 0, (B.5a)
ICEO e . €Ap [wp ) [ 27V} Zmn e
Vqlip (y> z== ch/2) = €y 2 j Won TRG{ n m} <B5b)

[smh <(m +W”3:H"h> sin (;7/”:1 (m — n))

Y P T
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In the case of |m — n| = 1, we find a mixture of two sinusoidal modes, where one of them
has the desired Rayleigh slip form. For increasing values of m,n, this form becomes more
and more dominant. This is illustrated in figure B.1, where the normalised slip velocity is
plotted for varying values of m,n. Already at (m,n) = (2,3), an almost perfect reverse
Rayleigh pattern is reached.

1 | ]
_(m’n) = (172)
Py _--(m7n):(273)
82 0.5 .......... _Sln(zﬂ-y/Wch)
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< 0
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Figure B.1: Normalised slip velocity for sinusoidal mode combinations.



C Plot of 75 mV ICEQO streaming.
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Figure C.1: 75 mV ICEO flow calculated transient and in the frequency domain. (a)
fields plots of the velocity field. Both the frequency domain simulation and the time-
averaged transient result are shown. Line plots are shown along the green dashed arrow at
z = H/2.5. (b) the electric potential calculated in frequency domain as well as transient
shown at wt = 3T (the beginning of the fourth oscillation, corresponding to the real part
of the frequency domain ¢(r)) (c) horizontal component of the time-averaged velocity field
calculated in frequency domain as well as transient.
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APPENDIX C. PLOT OF 75 MV ICEO STREAMING.
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