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The rheological behavior of a dilute emulsion comprised of neutrally buoyant drops
suspended in an immiscible medium under the combined influence of a uniform electric
field and simple shear flow is analyzed. Considering the drops and suspending medium as
Newtonian and leaky dielectrics, the effective emulsion stress tensor is obtained when the
fluid motion is governed by the Stokes equations. The present study takes into account an
arbitrarily oriented uniform electric field in the plane of shear flow. A small-deformation
analysis is performed to study this coupled electrohydrodynamic problem considering
weak imposed shear flow and weak surface charge convection. Analytical expressions
are obtained for the effective shear viscosity and normal stress differences of the dilute
emulsion. The tilt angle (orientation angle of the applied electric field relative to the direction
of shear flow) is found to affect the emulsion rheology. Key results show that the dilute
emulsion exhibits non-Newtonian behavior such as shear-rate-dependent effective viscosity
and nonzero first and second normal stress differences. In the absence of shape deformation
and charge convection, a dilute emulsion displays shear thinning or shear thickening
behavior depending on the drop polarization and tilt angle. The effective viscosity of
the dilute emulsion can be lower or higher than the viscosity of the suspending medium
depending on the electrical property ratios, tilt angle, and relative strength of the electric
stress as compared with viscous stress. Surface charge convection significantly affects the
electrohydrodynamic flow and thereby modifies the effective viscosity and normal stress
differences. The applied electric field significantly affects the drop shape and orientation
angle and thereby modifies the effective viscosity and normal stress differences. Both the
surface charge convection and shape deformation can increase or decrease the effective
viscosity and normal stress differences. Notably, the presence of surface charge convection
and shape deformation leads to the generation of electric torque, which further results
in a nonzero antisymmetric component of the emulsion stress tensor. We establish that
fine-tuned rheology of a dilute emulsion can be obtained by proper choices of the tilt angle.
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I. INTRODUCTION

Rheological behavior of complex fluids or soft matters is of immense interest to science
and engineering communities not only due to remarkable rheological properties exhibited by
these materials, but also attributed to far-ranging applications in chemical, biochemical, and
pharmaceutical industries [1-3]. In these applications, it is common to have emulsions (comprised
of immiscible dispersed liquid drops in a continuous liquid phase) that show complex flow
characteristics in response to external stresses [4]. The macroscopic rheological properties of such
emulsions depend not only on the emulsification process but also on the distribution of drops, size of
drops, morphology of drops, and drop-drop interactions [5,6]. Understanding the relationship among
these controlling factors is of prime importance for the design and performance of emulsifiers. The
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electric field, in this regard, is one of the promising external effects that can be used to alter or
manipulate the emulsion rheology [7].

Starting from the seminal work of Taylor [8,9] on the effective viscosity of dilute emulsion,
remarkable effort has been dedicated to understanding the relation between drop-level flow dynamics
and macroscopic rheological properties. Taylor [8] has studied the hydrodynamics of a neutrally
buoyant Newtonian drop suspended in another Newtonian fluid undergoing a simple shear flow.
When the shear flow is weak, Taylor obtained that the imposed shear flow deforms the drop into
an ellipsoidal shape and the major axis of the ellipsoid makes an angle of m /4 with the shear
flow direction. The presence of the drop perturbs or modifies the imposed shear flow around
itself, which yields a rheology of a dilute emulsion that is different from the rheological behavior
of suspending fluid. Neglecting the shape deformation, Taylor obtained that the dilute emulsion
behaves as a Newtonian fluid but with increased effective viscosity as compared with the viscosity
of the suspending fluid. Incorporating the effects of shape deformation, Schowalter et al. [10]
showed that the dilute emulsion exhibits elastic properties such as normal stress differences, which
are generally characteristic of viscoelastic fluids. Later, several authors investigated theoretically
and experimentally the emulsion rheology in the presence of inertia [11,12], viscoelasticity [13],
surfactant [14,15], and interfacial slip [16,17] (refer to the works of Faroughi and Huber [18] and
Pal [19,20] for more detail reviews) for both dilute and concentrated emulsions.

External uniform electric fields have been shown to manipulate the emulsion rheology [21-23].
Application of a uniform electric field not only alters the drop shape but also induces electrohydro-
dynamic (EHD) straining flow [24]. Thus, in the combined presence of a uniform electric field and
shear flow, the relative strength of the electric field as compared with the shear rate will strongly
influence the drop shape, orientation, and flow field [25], which in turn will affect the emulsion
rheology. The effect of a uniform electric field acting in the direction of the velocity gradient was
studied experimentally for a concentrated emulsion in shear flow [22]. Interesting observations
were made by Ha and Yang [22], who investigated the rheology of oil-in-o0il emulsions when the
electrical conductivity of the drop phase is smaller than the suspending phase. They measured that
the effective viscosity of the emulsion can be larger or smaller than the viscosity of the suspending
medium depending on the relative magnitude of electric and viscous stresses and electrical properties
of the oils. Fernandez [26-28] has performed numerical simulations and obtained similar rheological
behavior. Vlahovska [29] has given a theory for the dilute emulsion in the combined presence of
a uniform electric field and shear flow for two different cases: (i) highly viscous drops and (ii)
weak flow. A small-deformation analysis for highly viscous drops that incorporates effects of
shape deformation and charge convection shows that the dilute emulsion exhibits shear thinning or
thickening behavior and normal stress differences. In the weak-flow limit, the emulsion rheology is
only obtained up to leading order, which shows that the electric field does not affect the effective
viscosity but induces normal stress differences [29]. In a recent study we investigated the pivotal role
of shape deformation and charge convection on the uniform electric-field-induced alteration in the
emulsion rheology when the imposed shear flow is weak [30]. However, the dilute emulsion does
not show shear thinning or thickening behavior in the weak-flow limit but exhibits normal stress
differences [30].

All the reported studies [29,30] have explored the effect of a uniform electric field for the particular
case in which the electric field is acting parallel to the direction of the velocity gradient. However,
the direction of the uniform electric field relative to the direction of shear flow can significantly affect
the drop shape, drop orientation, and flow field [31,32]. Despite the ease with which the direction
of the electric field can be controlled, we are unaware of a study that explores the effect of the
orientation of the uniform electric field on the emulsion rheology. Motivated by these considerations,
in the present study, a small-deformation analytical theory is developed to understand the problem
of the emulsion rheology of a dilute suspension of noninteracting drops in the combined presence
of shear flow and an arbitrarily oriented (in the plane of shear flow) uniform electric field. Both
the surface charge convection and shape deformation effects are incorporated by performing regular
perturbation expansion. We emphasize the physical mechanism in which the direction of the electric
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Imposed uniform
electric field

Imposed shear flow

FIG. 1. Schematic representation of the physical setup of a liquid suspended drop subjected to the combined
influence of a uniform electric field and background shear flow.

field plays a significant role in manipulating emulsion rheology. We present results for experimentally
relevant oil-in-oil emulsions.

II. MATHEMATICAL FORMULATION

A. System description

We consider a physical system comprised of neutrally buoyant, Newtonian, leaky dielectric liquid
drops of density p, viscosity u;, conductivity o;, and permittivity ;, suspended in another Newtonian,
leaky dielectric liquid medium of density p, viscosity u., conductivity o,, and permittivity €,. The
drops are immiscible to the suspending medium and the fluid-fluid interface is characterized by a
constant surface tension y . In the absence of external forces, the drops remain spherical in shape with
radius a. This equilibrium configuration is disturbed by the combined presence of a uniform electric
field Eo, and background shear flow V. as depicted in Fig. 1. The uniform electric field is of the
formE, = E.(E,e, + E vey), where E. is the magnitude of electric field and E, and E, represent
the relative strength of the electric field in the direction of shear flow and the velocity gradient,
respectively. The electric-field vector is oriented at an angle ¢, = tan~!(E, /E,) with respect to the
direction of shear flow (¢; is termed the tilt angle). The background simple shear flow is of the form
Voo = Gye,, where G is the shear rate. The combined presence of E., and V, creates electrical and
hydrodynamic stresses across the drop interface, which not only alter the flow field in and around
the drops but also deform the drops into nonspherical shape. The altered flow field and shape of the
drops affect the shear rheology of a dilute emulsion, the determination of which is the main objective
of the present study.

To identify the important dimensionless parameters, we nondimensionalize different quantities by
using the following scales [29]: length ~a, velocity ~Ga, electric field ~E., viscous stress ~u.G,
pressure ~u,G, and electric stress ~¢, Ef The present EHD problem can be described by the
following dimensionless parameters [29]: viscosity ratio A = u; /L., conductivity ratio R = o; /o,,
permittivity ratio S = &; /e,, Reynolds number Re = pGa?® /i, (which is a measure of fluid inertia
relative to viscous effect), capillary number Ca = u.Ga/y (which is a measure of viscous stress
relative to capillary stress), electric Reynolds number Reg = ¢,G /o, (which is a measure of charge
relaxation time relative to convection time), and Mason number M = ¢, E 3 /iteG (Which is a measure
of electric stress relative to viscous stress). From now on, we represent all quantities in dimensionless
form unless stated otherwise. Subscripts i and e will be used to represent quantities inside and
outside the drop, respectively. Both Cartesian and spherical coordinates are shown in Fig. 1 with x
the direction of shear flow, y the direction of velocity gradient, and z the direction of vorticity.
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B. Governing equations and boundary conditions

We assume that both the drop and suspending phases can be described by the leaky dielectric
model. The leaky dielectric model takes into account small but finite electric conductivity, which
leads to accumulation of electric charges at the fluid-fluid interface, while the bulk remains charge
free [33,34]. Thus, the electrostatic problem for leaky dielectric liquids is governed by the Laplace
equation for electric potential

Vi, =0, Viy, =0, (1)

where v represents the electric potential, which is related to the electric field in the form E = -V
(using the irrotationality property of the electric field). The complete description of the electrostatic
problem requires further boundary and interfacial conditions. The electric potential outside the drop
Y, is bounded and satisfies the far-field specified electric potential condition

Yo =—Eyx-r asr — oo, 2)

where r is the position vector measured from the drop centroid. The electric potential inside the drop
Y; is bounded. The electric potential at the drop interface is continuous

vi=1v. atr=r0.9), 3)

where r(6,0) =1+ f(6,¢) is the radial position of the deformed drop interface. The function
f(@,¢) is an unknown that represents the angular variation of deformed drop shape. The electric
potentials satisfy the charging condition at the drop interface [35]

n-(RVYy; —Vip,) = —RepVy - (qsu)  atr =r,(0,9), 4)

where g, = n - (SVy; — V,)|,=, is the surface charge density, u; = w;|,—,, is the surface velocity,
n = V(r —ry)/|V(r — ry)| is the outward unit normal at the drop interface,and V;, = [V —n(n - V)]
is the surface divergence operator. Equation (4) shows that the electric Reynolds number Reg governs
the balance between charge convection and Ohmic conduction. The surface charge convection term
on the right-hand side of Eq. (4) represents the EHD coupling between electric potential and surface
velocity.

We assume that the fluid flow in and around the drop is governed by the viscous forces, while the
fluid inertia is negligible (i.e., Re = 0). In the creeping flow limit, the flow field is described by the
Stokes and continuity equations in the form

Vp,’=)\V2ll,', V'll,':(),
Vpe=Vu, V-u =0, )

where p and u represent pressure and velocity fields, respectively. The complete description of the
flow problem requires further boundary and interfacial conditions. The pressure and velocity fields
outside the drop (p. and u,) are bounded. The velocity field outside the drop satisfies the far-field
specified shear flow condition

u =V, as r— oo. (6)

The velocity and pressure fields inside the drop (p; and u;) are bounded. The velocity field at the
drop interface is continuous

W =u, atr =ry0,¢). @)
At steady state, the kinematic condition gives zero normal velocity at the drop interface

u-n=u-n=0 atr=ry0,¢). ®)
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The hydrodynamic and electric stresses are balanced by the capillary stress at the drop
interface [35]

1
(rf + Mrf) -n— (TIH + MriE) -n = C—(V -mn  atr = ry(0,¢), ©)]
a
where 7/ and ©£ are hydrodynamic and electric stress tensors of the form

/! = [-pI+MVu +(Vu)'}l, 8 =[-pJ+{Vu, +(Vu,)}] (10
and

1 e

tf = S[EE)" — JEPT], tF=[E(E)" — IE|T]. (11)

The combination of hydrodynamic and electric stress terms on the left-hand side of Eq. (9) represents
the EHD coupling between the flow field and electric stress. Note that Eq. (9) combines both the
tangential and normal components of stress balance equations.

C. Description of the electric potential and flow field

The electric potential inside the drop that satisfies the Laplace equation and is bounded for r < 1
can be represented in terms of growing spherical solid harmonics in the form

Vi =) " [anm coS(M) + dy m SIn(MG) Py, (12)

n=0 m=0

where P, ,, is the associated Legendre polynomial of degree n, order m, and argument cosé6.
Similarly, the electric potential outside the drop that satisfies the Laplace equation and is bounded
forr > 1 can be represented in terms of decaying spherical solid harmonics and unperturbed far-field
electric potential in the form

Ye=—Eoo v+ r" Y (bt mcos(me) + b1 Sin(m@) Py . (13)

n=0 m=0

The coefficients a, ;. dp.m> b—n—1,m, and B,n,l,m are unknown, which we have to determine by using
the boundary conditions given in Egs. (3) and (4).

The velocity and pressure fields inside the drop, which satisfy the Stokes and continuity equations
and are bounded for r < 1, can be represented in terms of growing spherical solid harmonics by
using Lamb’s general solution in the form [36]

o0

u; = Z[V X (Xx.) + VO, +

n=1

n—+3 5 n
r‘'vp, — —m—
2(n + 1)(2n 4+ 3)A (n+1D2n+3)A

pi=Y pu (15)

n=0

rpn}, (14)
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where p,, ®,, and x, are the growing spherical solid harmonics of the form

Pn = 2" [y cOS(m) + Ay sin(m)] P,

m=0

®, = 7" [Bym coS(mP) + By Sin(mp)] Py,

m=0

Xn = 1" [Cpmcos(me) + Cpn sin(m)] P . (16)

m=0

Similarly, the velocity and pressure fields outside the drop, which satisfy the Stokes and continuity
equations and are bounded for » > 1 can be represented in terms of decaying spherical solid
harmonics and unperturbed far-field velocity field by using Lamb’s general solution in the form [36]

U, = VOO + i |:V X (rX—n—l) + V(I)—n—l - L”ZVP—n—l + &I‘P—n—l} (17)
— 2n(2n — 1) n2n —1)
o0
Pe=) Pt (18)
n=0

where p_,_1, X—n—1, and ®_,_; are decaying spherical solid harmonics of the form

P—n-1= rinil Z [A—n—l,m cos(m¢) + AA—n—l,m sm(m¢)] Pn,m,

m=0

n
q)—n—l - rinil Z [B—n—l,m cos(m¢) + B—n—l,m Sin(m(P)]Pn,m»

m=0

Xenot =1 """ [C i cos(me) + €yt Sin(mP)] P . (19)
m=0

PN

The cAoefﬁCientS An,ma An,ma Bn.nﬂ Bn,ma Cn,ma Cn,ma A—n—l,ma A—n—l,m’ B—n—l.rru B—n—l,ma C—n—l.n17
and C_,,_; ,, are unknowns, which we have to determine by using the boundary conditions given in
Egs. (7)-(9).

D. Effective stress of a dilute emulsion of noninteracting drops

The effective shear rheology of an emulsion comprised of a dilute suspension of noninteracting
drops is different from that of the shear rheology of the suspending fluid. This is attributed to the
disturbance flow generated by the drops. The applied electric field modifies the drop shape, drop
orientation, and flow field due to the generation of electrical stresses at the drop interface. The volume
average effective emulsion stress X for a dilute suspension of force-free drops can be represented as
[37-39]

Y = —pl+2I+3¥, (20)

where p is some arbitrary pressure field in the suspending medium (which gives an isotropic
contribution to stress), T = [(VVs) + (VV)T] /2 is the rate of strain tensor in the suspending
medium (which represents the extensional or straining component of imposed shear flow), and X4
is the stresslet tensor (which represents the excess stress generated due to presence of drops). Here
Y@ gives rise to anisotropy in the emulsion stress. The stresslet tensor for a dilute emulsion (with
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v the volume fraction of drop phase) is given by [38]

3 1 2

20— 22 [ (G mes (e me)” = S o) - w1 Jasi, 20
4 Js, \2 3

where the integration has to be performed over the drop surface S;. The integral on the right-hand

side of Eq. (21) can be obtained as [39,40]

/ [%((rf .n)r—i— [(rf .n)r]T _ %I(‘rf ~n) ~r> — [u,n + (llen)T]:|de
Sa

2
= (—?)szm), (22)
where p_3 =r—3 an:o [A_3 , cos(m@) + AA,3’m sin(me)] P3 ,, is a decaying solid harmonic.

It is convenient to define three important dynamical quantities to characterize an incompressible
homogeneous emulsion. The first one is the effective shear viscosity, which can be expressed in
dimensional terms as [41]

M

xy

Mett = —== (23)
where the dimensional stress component E_ny can be expressed as Z_DX_V = .G Xy,. The effective
shear viscosity reflects the viscous nature of the emulsion. The second and third quantities of interest
are the first and second normal stress differences, which reflect the elastic nature of the emulsion and
the nonisotropy of normal stresses. The first and second normal stress differences can be expressed
in dimensional terms as [41]

Nl = 2)cx - 2:yy’ ]\72 = 2_:yy -2z (24)

The dimensionless effective viscosity (normalized by p.) and normal stress differences
(normalized by 1t,G) can be written as
S — 2, Y,—X
Meeff =%y, N = Zxx 7YY Sor — Zvya N, = oy Tz
e ’ ne.G ’ n.G
Substituting the value of the integral from Eq. (22) into Eq. (21), we obtain the general expression
for the effective viscosity and normal stress differences

Neff = = Zyy - Zzz- (25)

~ 3v
Neit = 1 —3VA_32, Ny =—6vVA_3;5, N>= 7(21‘\—3,2 + A_3)). (26)

III. ASYMPTOTIC SOLUTION FOR WEAK FLOW AND WEAK CHARGE CONVECTION

The exact solution of the present electrohydrodynamic problem is not possible for arbitrary values
of the dimensionless parameters, due to the nonlinearities and coupled nature of the mathematic
model. The first source of difficulty is associated with the drop shape, which is not known a priori.
Determination of the drop shape involves electric and hydrodynamic stresses at the drop interface,
while determination of the electric potential and flow field involves the drop shape. Thus, an analytical
solution cannot be obtained for arbitrary drop shape. However, an analytical solution can be obtained
for small drop deformation in which the drop remains nearly spherical. This can be accomplished by
two different ways for two different physical systems [42]: (i) weak flow or a small-capillary-number
limit (i.e., Ca < 1) and (ii) high-viscosity ratio limit (i.e., > >> 1). Vlahovska [29] has performed a
small-deformation perturbation analysis for the high-viscosity limit for the particular case in which
the applied electric field is oriented in the direction of the velocity gradient (i.e., E,, = e,). Here we
explore the weak-flow limit, which physically signifies that the imposed flow is too weak to deform
the drop significantly. In the presence of an electric field, the drop deformation is also influenced
by the electric capillary number Cay = CaM, which signifies the relative strength of electric stress
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as compared with capillary stress [35]. Thus, in addition to Ca < 1 we also assume M ~ 1, so
deformation due to electric stress is also small.

The second source of difficulty in the present mathematical model is associated with the surface
charge convection, which couples the electric field and flow field. Due to charge convection,
determination of the electric field requires the knowledge of surface velocity. Thus, an analytical
solution cannot be obtained for arbitrary values of Reg. However, an analytical solution can be
obtained for weak charge convection in which the charge distribution over the drop surface is
dominated by the Ohmic conduction. This can be accomplished by considering Rep < 1 [43].
Thus, in the present study we address the weak-flow and weak-charge-convection limits by
performing a regular perturbation analysis considering Ca and Reg as perturbation parameters.
Ha and Yang [22] performed experiments on the emulsion of silicone oil drops (with ;; = 0.13 Pas,
0; = 6.2 x 10712 S/m, and &; = 5.2¢(, where &y is the permittivity of free space) suspended in a
castor oil medium (with y, = 0.85 Pas, 0, = 6.6 x 1071 S/m, and &, = 2.7¢y). For a physical
system of silicone oil drops of radius @ = 100 um in the presence of an electric-field strength of
E.=4x10° V/m and shear rate of G = 2.5 s~!, we obtain Ca ~ 0.1, Rey ~ 0.1, M ~ 1, and
Re ~ 1073, To study this kind of system, we expand the electric potential and velocity field in the
asymptotic form [35]

V= 1p(o) 4 ReEw(ReE) 4 Calﬁ(ca) 4o,
u=u? 4+ Repu®® + Cau'™ + ... . 27

A similar expansion is also employed for all the dependent variables such as surface charge
distribution, pressure, and stresses. Note that the superscript (0) is used to represent the leading-order
quantity (in the absence of charge convection and shape deformation), (Reg) is used to represent
the first correction due to charge convection, and (Ca) is used to represent the first correction due to
shape deformation.

The radial position of the deformed drop is also expanded in the asymptotic form [31,44]

re =1+ f(0,0) = 1 + Caf 4 CaRep f(CR) 4 Ca fC) 4. . ., (28)

where f(©® f(CaRer) ang €2 gre the corrections in drop shape at respective orders. Here f(C®)
represents the first correction in drop shape, f©2Rex) represents the first effect of charge convection
on the shape deformation, and f (Ca®) represents the O(Ca?) correction in drop shape.

Here we obtain solutions for leading-order O(Reg) and O(Ca) problems sequentially. The main
objective is to determine the effective emulsion stress of a dilute emulsion for O(v), O(v Reg), and
O(v Ca). Important to note here is that our analysis is restricted to a dilute emulsion, so v < 1.
We are not considering the higher-order corrections in volume fraction [e.g., O(v?), which might
be of significance when there are drop-drop EHD interactions for higher volume fractions [45]] by
assuming Ca > v and Reg > v. The solution method is straight forward and details can be found
in the reported studies [31,32]. Here we outline the important steps for completeness. Note that all
the algebraic manipulations are performed using the symbolic package MAPLE. After substituting
the asymptotic expansion for different variables, we obtain the governing equations and respective
boundary conditions at different orders [31,32]. We use the following steps to obtain different
quantifies of interest [35]. (i) At each order, the electrostatic problem becomes linear and decoupled
from the flow problem at that order. Thus, we first determine the electric potential and obtain the
electric stresses at the drop interface. (ii) Then the flow problem can be solved by using these
electric stresses. To do this we use the velocity and tangential stress boundary conditions to obtain
the velocity and pressure fields. (iii) The stresslet tensor is calculated to obtain the effective shear
viscosity and normal stress differences. (iv) The normal stress balance equation is employed to
determine the drop shape.
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A. Leading-order solution

The leading-order electric potential distribution is due to the imposed uniform electric field E
There is no convection of charges and the drop remains spherical, which means that the leading-order
electrostatic problem is linear and decoupled from the leading-order flow problem. Thus, we first
solve for the electrostatic problem. The electric potential distribution inside and outside the drop at
the leading order is obtained as

wi(o) = r[aﬂ cos ¢ + El(l i sin (]5] P (29)

and

wéo) = —r[E,Picos¢ + E, P jsing] + r’z[bg’1 cos ¢ + l;g.l sin ¢]P1,], 30)

where the unknown coefficients are obtained as

R+2 %! \R+2) 2! '\R+2)

The leading-order surface charge distribution is obtained as

0 _ _ 3B
1,1 R+2’

—_—
=
—_

g =e - (RVy” — vy)| _ =[c) cosp + &) sing] Py, (32)

where c(o) and A(lo)l are of the form

) =3 R=5\g _3(R=5)\ g (33)
R+2)7" L R+2)7

The leading-order flow field is due to the generation of electrical stresses and the imposed shear
flow. As the leading-order flow problem is linear in electrical stress and shear flow, we can obtain
the total velocity and pressure fields by simply linearly combining the velocity and pressure fields
due to imposed uniform electric field and imposed simple shear flow

(O) E(O) SO (O E0) S(0)
u; +u; g pi = pi tpi
0 0 SO 0 0 S0
u£)=uf”+ue”, p” = pe® + p, (34)

where the superscripts £ and S are used to represent the contributions from the uniform electric
field and shear flow, respectively. The velocity and pressure fields inside the drop due to a uniform
electric field and shear flow are obtained as

5 2
E(()) E(0) E(0) E(0)
u, =V CD + — r’v

r k]
42, 2 ot
5 2
w0 =V (00) + Vo3V 4+ v p - ey (35)
and
pi” =" p"=p" (36)

where the expression for the solid harmonics is mentioned in Appendix A. The velocity and pressure
fields outside the drop due to a uniform electric field and shear flow are obtained as

E(O) VCDE(O)—I— I‘pEgo), uS(O) VQDS(O)—|—- S(O) (37)
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and

0 E(0 S 50
P =pt p0=p%, (38)

where the expression for the solid harmonics is mentioned in Appendix A.

After obtaining the velocity and pressure fields, we determine the hydrodynamic stress tensor and
substitute it in Eq. (20) to obtain the effective emulsion stress. The leading-order effective viscosity
is obtained as

g =1-3vAY,. (39)

Substituting the expression for A(_O;z, we obtain ngzz as

n© = [1 + V(“”)} +‘,[2_7W]. 40)

20 +2 5 (R+2*xr+1
s Nt

The term ngg ; represents the emulsion viscosity in the absence of an electric field, which was

first obtained by Taylor [8]. The term neff £ 18 an extra contribution due to the applied electric field.
The leading-order normal stress differences are obtained as

3v

MO = oA, N = A0, + 4. )

Substituting the expressions of A(_O;’O and A(_O;VZ, we obtain Nfo) and N;O) as

27 v(EZ — EDM(S — R)

5 RT2D 4D

NO _ 27 VE;M(S — R)
PSR4+

N =

(42)

B. The O(Repg) solution

The O(Reg) electric potential distribution is due to the fluid flow-induced redistribution of charges
at the drop surface. The O(Reg) charging condition can be written as

e (RVY = VyR0)| ==V, (q"u?)],_,. (“43)

S

The right-hand side of Eq. (43) can be expressed in terms of surface harmonics as
=V (@) _, = {(Z11cosp + Z11sing)Py 1 + (Z31cosp + Z3 1 sing)Ps

+1[Z33cos(3) + Z33 sin(3¢)] Ps 3}, (44)
where the coefficients Z, ,, and Z,,,m are obtained in terms of the coefficients present in uiE(O) s ul.S(O),
and ¢'© (refer to Appendix B for detailed expressions). It is apparent from Eq. (44) that the O(Reg)

electric potential distributions inside and outside the drop are of the form
P = {r(af" cos g + a{ T sing) Py + 1 (a5 cos ¢ + ay " sing) Py
+r [agR;F) cos(3q5) + &ngF) sin(3¢)| P33} (45)
and
I/fe(ReE) [ - (b(ReL) cos¢ + b(Re sin ¢) P+ r_4(b(ReL) cos ¢ + b(Re sin ¢) Ps,
+r4 (657 cos ¢ + 6K sing) P 5], (46)
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where the unknown coefficients are obtained as

q®er) — pRep) Znm sRep) _ pRep) & 47)
nm —n—1L,m n(R—i—l)—i—l’ n,m —n—1,m I’l(R—i—])—|—]

The O(Rep) surface charge distribution is obtained as

qS(ReE) =e - (va_(ReE) . VW(REE)) [ (RQE)COS(ﬁ +é A(REE) sin ¢]P1 |

+ [ cos d + &P sin g Pyt + [ cos(3p) + &35 sin(3p) | Pss. (48)

where c(Re®) = Z, . [n(S + 1)+ 11/[n(R + 1)+ Hand &R = Z, ,[n(S+ 1)+ 11/[n(R + 1)+ 11.

The O(Reg) flow field is due to the O(Reg) electrlcal stresses. The velocity and pressure fields
inside the drop are obtained as

uEReE) — |:V x {r(Xl(ReE) + X3(ReE))} + V(CD(ZReE) + (DE‘RE:E))

r2(5 7 r/2 4
Ly pRer) Ly Ren))  Zf © (Rep) (Reg) 49
+x<42 TS a\21P2 tash )
and
p,(ReE) pgReE)-i—PiReE), (50)

where the expression for the solid harmonics are mentioned in Appendix B. The velocity and pressure
fields outside the drop are obtained as

2
u(eReE) — |:V x {r(XiRzeE) + X(RGE))} + V(@(ReE) + q)(ReE)) VP(,R;E)

28
I ®Rep) | 1 (Rep)
E E 51
+r<2 TP S
and
pRer) = p&ee) 4 p&er), (52)

where the expression for the solid harmonics are mentioned in Appendix B.

After obtaining the velocity and pressure fields, we determine the hydrodynamic stress tensor
and substitute it in Eq. (20) to obtain the effective emulsion stress. The O(Reg) effective viscosity
is obtained as

R AR
ot = —3vA%Y. (53)
Substituting the expression of A(Rf ’3), we obtain nglsfeE ) as
(Reg)
Tefr

10 R+2 3R+4

WM S B2 7y \ + EcZy ) — B3 [ (B Zs ) 4+ Ev Z30) + SHE 233 — ExZ33)]]
(R+2)(A+1) '

(54)

The O(Reg) normal stress differences are obtained as

3
Z (AR 4+ ARe), (55)

N;RSE) — _6UA(7R33’E2)’ NéReE) — 5
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Substituting the expressions of A(f; f)) and AER; g), we obtain N fReE ) and Nz(ReE ) as

N{RCE)

VM[$EZ2(E Zy ) — EyZ)) — B3 [3(EcZsy — EyZ31) — “R(EcZs 5 + Ey Z33)]]

(R+2)x+1)

(56)

and

5 R+2 3R+4
(R+2)(A+1)

9 R-285-2 o4 4R+4-S\T9 9 5 54 4
e _ MR E 2 = (B E 2 £ 3820 + S + E20])

C. The O(Ca) solution
First we determine the O(Ca) correction in drop shape, which can be obtained by using the
leading-order solution. The deformed drop shape correct up to the O(Ca) term can be expressed as
ry(0,¢) = 1+ Caf @, (58)
where f(© is obtained as
0 = LEY Pyg + LSS cos(2) Pos + LSS sin(2¢) Pa . (59)

Different coefficients L(ZCS), L(ZC;), and

LS are obtained in the form
2 2 2 2
_ _g (Ex + Ey)MQT 1 Ca _ i (Ex - Ey)MQT jca _ iDT EExEyMQT
2,0 8 (R +2)2 ’ 2,2 16 (R +2)2 ’ 2,2 12 8 (R +2)2 ’

(60)

(Ca) __

where Q7 = RZ+1—-2S +3(R— S)BA + 2)/5(x + 1) is the Taylor discrimination function and
Dy = (191 + 16) /(201 + 20) is the Taylor deformation parameter.

The O(Ca) electric potential is due to the deformed drop shape. The O(Ca) electric potential
distributions inside and outside the drop are of the form

¥ = r[a{ " cos ¢ + a1\ sing] Py ©b
and
Y€ = r2[b'S) cos ¢ + 5T sinp] Py
+ r*4{ (b(,cﬁ cos ¢ + b(,c4a)1 sin ¢) P+ [b(gfl; cos(3¢) + B(fcéta; sin(3¢)] P3’3}’ 62)

where the unknown coefficients are given in Appendix C. Importantly, the unknown coefficients
a(C“) a(c") b(C“) and b(c )1 are linear in L(ZCO“), L(2C2“), nd L(ZC;’).
The O(Ca) surface charge distribution can be obtained as

(Ca) 2., (0) Ca ©0) Ca ©0)
4o — [S{a‘pai +f(Ca)a Y af 9 ay; 1 9fC9 ay, ”
r

ar2 90 90 sin20 99 ¢

B al//éCa) N f(Ca) 821/f‘£0) B af(Ca) awéO) B 1 af(Ca) awéﬂ)
ar 2 30 080 sin’d 9 ¢

}. (63)
r=I1
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The O(Ca) flow field is due to the deformed drop shape. The velocity and pressure fields inside
and outside the drop are obtained as

4

(Ca) _ (Ca) (Ca) n+3 (Ca) _ n (Ca)
; = Vv Vo rv e —— s
Y 21:[ X () + Ve, tamtr et P T s nantant }
(64)
(Ca) Z p(Ca) (65)
4
a (Ca) (Ca) n—2 (Ca) n+l o
ugm:Z[v <X+ VOl T VS e 69
n=1
and
plcy) = Z J 67)

where the expression for the solid harmonics are too lengthy to be presented here. Importantly, the
solid harmonics are linear in L(ZCSI ), L(2C2“ ). and ﬁ(zcza ),

After obtaining the velocity and pfessure fields, we determine the hydrodynamic stress tensor
and substitute it in Eq. (20) to obtain the effective emulsion stress. The O(Ca) effective viscosity is
obtained as

g = —3vAG). (68)

Substituting the expression of A'%"), we obtain n{g" as

(Ca) _ [L(C”){ 3 4425\ 4+ 41x 4 162 ME,E, (=91 4+ 8R — 5+ 6RAM)(R — ) }
Tott = 70 (+1) 175 r+ AR +2)
D) 316+ 194
2215 a+1
(€ 162 M(EZ + E_\Z,)(ZOR)» +22R — 231 —19) (R - S) 69)
221 175 A+ D3R +2)° '
The O(Ca) normal stress differences are obtained as
3v
N(Ca) 6\)A(C3a;, N(Ca) > (2A(C3a; + A(Ca)) (70)
Substituting the expressions of A(_CS“()) and A(—C;.)z, we obtain Nl(Ca) and N;Ca) as
N _ L(C”) 162 M(E7 — E})(=9% 48R + 6RA — 5)(R — )
175 A+ D*R+2)}
cay| 324 M(E} + E})(=19 +20RA — 234 + 22R)(R — )
2217775 (A + DX R +2)°
R 6 191 + 16
L _ 71
* <5 Pt 1 )} 7D
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and

o _ | pco 162 (R—SM (EX.—1) E}R—1)
NS LS . +
25 (R+22+ D\ T+ 1) R+2

(Ca){ 324 (R—SM —17 + 19RA + 23R — 25,\)}
175 (R 4 2)*(x + 1)? R+2
(Ca){ ( 972 M(—9A + 8R — 5+ 6RA)R — S)) 6 50+29x2+61x”
+L E.E _ o T oA ThlA
175 A+ DXR+2) 35 (A + 1)?

<E§(,\ -+ E;

(72)

Note that nefcfa), N, €4 and N, (C4) are linear in L(ZC(;’ ). L(zcza) ,and L(Ca)

IV. RESULTS AND DISCUSSION

A. Emulsion rheology in the absence of charge convection and shape deformation

When the charge convection and shape deformation effects are negligible, the effective shear
viscosity is neff [refer to Eq. (40)]. A closer look into the expression of neﬂ reveals that at leading

order the effects of imposed shear flow and imposed electric field are decoupled. Here r/eff risa
positive quantity, which suggests that the effective viscosity in the absence of an electric field is
always greater than the viscosity of the suspending medium (i.e., ﬂi(f)f) ;> 1) with a maximum value
in the limit A — oo. The limit A — oo represents the Einstein viseosity limit [38]. The Einstein
viscosity limit represents the effective viscosity of a dilute suspension of rigid spheres, which is
given by neft =14 5v/2. It is important to note that neff o 1s independent of shear rate. Thus, a
dilute emulsion of drops shows Newtonian behavior in the absence of an electric field. Interestingly,
172(3’ » depends on the shear rate (recall the definition of the Mason number M = &,E?/u.G). Thus,
the presence of an electric field yields non-Newtonian rheology even in the absence of charge
convection and shape deformation. However, the mere presence of an electric field is not sufficient

to produce a nonzero contribution of n(o) A closer look into the expression of 17(0) reveals

that electric field has no contribution to r)eff (.e., r)eff g = 0) in any of the following conditions: (i)

= §, which is tantamount to perfectly dielectric drops suspended in a perfectly dielectric medium;
(ii) R — 00, which means that the dispersed drops are perfectly conducting and the suspending
medium is perfectly (or leaky) dielectric; (iii) A — oo, which means the suspension of rigid spheres;
and (iv) E, E, = 0, which means an electric field in the direction of shear flow (i.e., E,c = €,) or an
electric field in the direction of the velocity gradient (i.e., Eo, = €,). The first three conditions (i.e.,
R =S5, R — 00,and A — o0) are associated with vanishing EHD flow, while the fourth condition
is associated with an EHD flow for which the straining axis is aligned with the direction of shear
flow or velocity gradient. Thus, the electric field alters the effective viscosity only when the straining
axis of EHD flow is oriented in such a way that E, E, # 0 (which is equivalent to a tilt angle ¢,
which satisfies 0 < ¢, < /2 or 7 /2 < ¢, < 7) and the drops and suspending medium are leaky
dielectric fluids with R # S. In areported study, Vlahovska [29] has shown that the electric field does
not affect the leading-order effective viscosity when the electric field acts in the velocity gradient
direction (i.e., Eo, = €,). We also recover the same behavior.

The physical reason for this altered effective viscosity can be understood by looking into the
flow structure around the drop. Imposed shear flow has two components [refer to Fig. 2(a)]: pure
straining flow and pure rotational flow. The axis of the straining flow is oriented at an angle 7 /4 with
the direction of shear flow. The presence of a drop resists this straining component of imposed shear
flow, while the rotational component has no effect at leading order [46]. The perturbed flow leads to
enhancement of viscous dissipation and thereby increases the effective viscosity. On the other hand,
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FIG. 2. (a) Schematic representation of the hydrodynamic flow around the drop due to imposed shear flow.
(b) Schematic representation of the electrohydrodynamic flow around the drop due to imposed electric field.

the EHD flow generated due to an imbalance of tangential electric stress can be of two types [refer to
Fig. 2(b)], uniaxial straining flow and biaxial straining flow, depending on the polarization of the drop
[47]. When R > S the drop dipole moment, generated due to the surface charge distribution, aligns
with the applied electric field, which leads to generation of uniaxial straining flow. The completely
reverse happens (the drop dipole moment orients opposite to the applied electric field, which leads
to generation of biaxial straining flow) when R < S. The axis of EHD straining flow is always
oriented in the direction of applied electric field (i.e., at an angle ¢, with the shear flow direction).
In the combined presence of shear flow and a uniform electric field, we identify the following three
representative situations: (i) an electric field acting in the direction of the velocity gradient (i.e.,
¢, = m /2), (ii) an electric field acting in the direction of shear flow (i.e., ¢; = 0), and (iii) an electric
field acting at an angle ¢, = 7 /4.

If we consider a Cartesian coordinate system in which one axis is along the direction of the
applied electric field (x;) and the other two are orthogonal to the applied electric field (y; and z;), the
EHD flow is always axisymmetric in the x; direction. This axisymmetric flow gives rise to nonzero
diagonal components of the stresslet tensor (3%, , (@), , and ) ); the off-diagonal components
(Ef}l s E;‘Ql ,and Eg‘f}ﬂ ) vanish. This leads to generation of first and second normal stress differences,
which are denoted by X, ., — X,,,, and Xy, ,, — X ;,.For ¢, = 7 /2 the coordinate system (x,y;,21)
coincides with (y,—x,z), while for ¢, = 0 the coordinate system (x;,y;,z;) coincides with (x,y,z).
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FIG. 3. Variation of normalized effective shear viscosity with normalized shear rate for (a) R = 0.1 and
(b) R = 10. The other parameters are taken as S = 1 and A = 0.1.

In both these cases, the normal stress differences in the coordinate system (x;,y;,z;) give rise to only
normal stress differences in the coordinate system (x,y,z). However, for ¢, = m /4 the normal stress
differences in the coordinate system (xi,y;,z;) give rise to both effective viscosity (i.e., nonzero
off-diagonal components) and normal stress differences in the coordinate system (x,y,z). Thus, the
directionality of the applied electric field gives rise to né?g. - For ¢, = 7 /4 the EHD flow augments
the straining component of imposed shear flow when the EHD flow is uniaxial type (i.e., for R > S),
while the EHD flow retards the straining component of imposed shear flow when the EHD flow
is biaxial type (i.e., for R < §). This augmentation (or retardation) of the straining component of
imposed shear flow by EHD straining flow leads to a decrease (or increase) in effective viscosity.
To investigate the shear rate dependence of ngf), we plot the variation of normalized effective
viscosity (ngf)f) — 1)/v with the normalized shear rate (which is equivalent to M~ for fixed electric-
field strength) in Fig. 3(a) for (R,S) = (0.1,1) and in Fig. 3(b) for (R, S) = (10, 1). The choice of these
property ratios is based on the fact that (R,S) = (0.1,1) resembles the physical situation of silicone
oil drops suspended in castor oil, while (R,S) = (10,1) resembles the physical situation of castor
oil drops suspended in silicone oil [22]. To explicitly show the influence of the electric field, we plot
results for ¢, = 7 /4 and ¢, = 37 /4. We also plot a ngf)f) = ngf)f)’T line, which represents the vanishing
effect of the electric field on the effective viscosity. Figure 3(a) shows that for ¢, = 7 /4 the effective

viscosity not only is larger than the viscosity of suspending medium (i.e., ngf)f) > 1), but also is larger

than the effective viscosity when the electric field is absent (i.e., ng_g > ngg r)- This enhancement in

viscosity is also evident from Eq. (40), which shows that ngzz g is positive for ExE, > 0and R < §.
With an increase in normalized shear rate, the effective Viséosity decreases, which means that the
emulsion shows shear thinning behavior for ¢, = 7 /4. The completely reverse behavior is depicted
in Fig. 3(a) for ¢, = 37 /4, which shows shear thickening (an increase in viscosity with an increase
in shear rate). We define a critical Mason number (associated with a critical value of the shear rate)
for which (né(f)z —1/wy=0or ngf)g = 1. The critical Mason number is obtained as
5 (R+272(51+2)

0)
M r) — 1 M(‘r = —
Nett (Mer) =1 = 54 E,E,(R—9)

(73)

For M < M,, the effective viscosity is larger than the viscosity of the suspending medium (i.e.,

ngf) > 1), while for M > M., the effective viscosity is smaller than the viscosity of the suspending

medium (i.e., ngf)z < 1). In the latter regime, we obtain negative values of (ngf)g — 1)/v, which are

associated with a decrease in emulsion viscosity below the viscosity of the suspending medium.
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FIG. 4. Variation of normalized effective shear viscosity with viscosity ratio for R = 0.1 and S = 1.

Thus, a tilted electric field not only induces shear thinning or thickening behavior but also can
decrease the emulsion velocity below the viscosity of suspending medium. For higher values of
normalized shear rate, the electric field has a negligible effect and both curves (for ¢, = 7 /4 and
¢; = 3 /4) approach the same limit (i.e., ’72?})' — 772(;2,7)- Figure 3(b) shows that for ¢, = 7 /4 the
emulsion shows shear thickening behavior. Importantly, the effective viscosity decreases below the
viscosity of the suspending medium for M > M,,.. However, the emulsion shows shear thinning
behavior for all values of the shear rate when ¢, = 37 /4. This distinctive behavior of the emulsion
of castor oil drops in silicone oil as compared with the emulsion of silicone oil drops in castor oil is
due to the fact that R/S < 1 for Fig. 3(a), while R/S > 1 for Fig. 3(b). Thus, the direction of EHD
flow is completely reverse for the two cases under consideration.

To investigate the effect of the tilt angle, we substitute £, = sin¢, and E, = cos¢; and obtain
that the dependence of ngf)f) on the tilt angle is sin(2¢,). For (R,S) = (0.1,1), the presence of a
tilted electric field increases the emulsion viscosity when 0 < ¢, < 7 /2 and decreases the emulsion
viscosity when 7 /2 < ¢, < m. The exactly opposite behavior is obtained for (R,S) = (10,1). The
following important observations can be made. (i) The electric field does not affect the emulsion
viscosity (i.e., nggg = gzj) for ¢; = 0,7 /2, and 7. (ii) The effect of the electric field in augmenting
or reducing the emulsion viscosity is maximum for ¢, = 7 /4 and 37 /4. This is due to the fact
that for these two tilt angles the EHD straining flow affects the straining component of shear flow
most dominantly. With an increase in Mason number, the strength of the electric field relative to the
viscous stress increases and the electric field plays a more dominant role in determining the decrease
or increase in emulsion viscosity.

To investigate the effect of viscosity ratio, we plot the variation of the normalized effective
viscosity with the viscosity ratio in Fig. 4 for (R,S) = (0.1,1). It is important to note that the tilted
electric field has a significant effect on the emulsion viscosity when the viscosity ratio is small. In the
limit . — oo, all the curves approach the Einstein viscosity limit. Figure 4 shows that the applied
electric field has no effect for A — oo, irrespective of the electrical properties and tilt angle. This is
due to the fact that the EHD flow is diminished for A — oo and the drops behave as rigid spheres
that strongly resist the straining component of the imposed shear flow. Previous studies have shown
that a dilute emulsion of spherical drops has an effective viscosity smaller than the Einstein viscosity
limit when there is no applied electric field. However, Fig. 4 shows that the application of an electric
field leads to an effective viscosity larger than the Einstein viscosity limit for ¢; = 7 /4 and M = 3.
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The presence of an electric field not only alters the effective shear viscosity but also induces normal
stress differences N 1(0) and N2(0) [refer to Eq. (42)]. For the special case of an electric field acting in
the velocity gradient direction (i.e., E, = 0 and E, = 1), the expressions of N 1(0) and NZ(O) match
with the results of Vlahovska [29]. It is important to note that the normal stress differences appear
solely due to the electric field; imposed shear flow has no effect on the normal stress differences at
the leading order. Note that the normal stress differences are independent of shear rate. The inverse
of the shear rate is present in the expression of M, but we have already nondimensionalized N,
and N, by ©.G. Thus, the dimensional normal stress differences are independent of shear rate. To
investigate the pivotal role of the tilt angle, we substitute £, = sin¢, and E, = cos ¢;. We obtain
that the dependence of N fo) on the tilt angle is cos(2¢,), while the dependence of Néo) on the tilt
angle is sin?(¢,). Thus the first normal stress difference vanishes for ¢, = 7 /4,37 /4 and reaches
its maximum value for ¢, = 0,77 /2,7. In contrast, the second normal stress difference vanishes for
¢, = 0,7 and reaches its maximum value for ¢, = 7 /2. Most importantly, the sign of N fo) and Néo)
is strongly influences by the R/S ratio and ¢;,.

B. Effect of charge convection on the emulsion rheology

Now we investigate the effect of surface charge convection on the emulsion rheology, neglecting
the shape deformation. After incorporating the O(Reg) contribution, we obtain the effective viscosity
as

Nett = N + Regn'Ser). (74)

The O(Reg) correction term is given in Eq. (54). The dependence on the components of electric
field (Ex and E,) will be more apparent if we arrange ngfzfeE ) in the form

(75)

2 2 2 2
n R — (s — R)|:11Ex +LE] +BEE,(E? + E})M(S — R):|
eff - s

350000 + D*(3R + 4)(R + 2)°

where the terms /1, [, and /3 are known functions of R, S, and A, which are mentioned in Appendix D.

A closer look into the expression of ng‘ﬁff) reveals that the effects of the imposed shear flow and

imposed electric field are coupled and n?ﬁf *) vanishes for M = 0. Importantly, the surface charge

convection alters the effective viscosity of the emulsion even when the applied electric field is
directed in the direction of either the shear flow or velocity gradient. This is in contrast to the

leading-order contribution of the applied electric field, which is nonzero only when EE, # 0.

Substituting ¢, = 0 or ¢, = 7 /2, we obtain that the O(Reg) correction in effective stress Reg ngf{feE )

is independent of shear rate. Thus, in the case in which the applied electric field is acting in
the direction of either the shear flow or velocity gradient, the emulsion behaves as a Newtonian
fluid but with altered effective viscosity due to charge convection. However, Reg né];feE ) depends on
the shear rate when E,E, # 0 and the drops and suspending medium are leaky dielectric fluids
with R # S.

The variation of the normalized effective viscosity with the viscosity ratio is depicted in Fig. 5(a)
for (R,S) = (0.1,2). We show the effect of charge convection for ¢, = 0 and ¢, = 7 /2. The effect
of charge convection is noteworthy when the viscosity ratio is small. In the limit A — oo, the
velocity at the drop surface vanishes, which yields the effective viscosity of a suspension of rigid
spheres. All the curves in Fig. 5(a) approach the Einstein viscosity limit. Figure 5(a) also shows
that the surface charge convection decreases (or increases) the effective viscosity for ¢, = 0 (or
¢, = m /2). This alteration in effective viscosity is due to the O(Reg) modification of the flow,
which is generated by the O(Reg) electrical tangential stress at the drop interface. We show the
variation of surface charge density g,(6,¢) = ¢¥ + RezgR [refer to Eqgs. (32) and (48)] with ¢
at the plane of shear flow (i.e., 6 = 7 /2) for ¢, = 0. Figure 5(b) shows that the distribution of g,
in the presence of charge convection (i.e., Regy = 0.1) is significantly different from that of ¢ in
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FIG. 5. (a) Variation of normalized effective shear viscosity with viscosity ratio. (b) Variation of surface
charge density with ¢ for 6 = 7 /2 and ¢, = 0. The other parameters are takenas R = 0.1, S =2,and M = 1.

the absence of charge convection (i.e., Reg = 0). This altered charge distribution coupled with the
tangential electric field generates an imbalance in tangential electric stress. The O(Reg) imbalance
in tangential electric stress induces EHD flow around the drop, which in turn affects the effective
viscosity.

To investigate the effect of the tilt angle, we plot the variation of the normalized effective viscosity
with the tilt angle in Fig. 6(a) for (R,S) = (0.1,2) and in Fig. 6(b) for (R, S) = (10,2). Both figures
show that the surface charge convection can increase or decrease the effective viscosity depending
on the value of the tilt angle. This is attributed to the fact that the tilt angle controls the direction of
O(Reg) EHD flow and thereby governs the effective viscosity.

Charge convection alters the normal stress differences. After incorporating the O(Reg)
contribution, we obtain the normal stress differences

(0) (Reg) (0) (Reg)
Ny =N +Reg N, Ny = NP + Rep NS¥?. (76)
(a) (b)
2.5 . . . . 135 . . . .
—— M =0,Reg =0o0r0.2 —— M =0,Reg =00r0.2
LoTR0N ——-M=1,Rep =0 13k |m—M=1Rex=0
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FIG. 6. Variation of normalized effective shear viscosity with tilt angle for (a) R = 0.1 and (b) R = 10.
The other parameters are taken as S = 2 and A = 0.1.
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The O(Reg) corrections are given in Egs. (56) and (57). The dependence on the components of
the electric field (E, and E) will be more apparent if we arrange N I(Re” and NéReE) in the form

4 4
N](Rel;‘) — VM(S _ R)[l4(EX B E})M(S - R) +ZSEXEy}

875(x + 1)’(3R + 4)(R +2)°

(77)

IE: + LE,(E?+ E2)M(S — R
NRe) = vEyM(S—R)|: o +bE) )M )}

175000 + 1)’(3R + 4)(R + 2)°

where the terms Iy, Is, lg, and [; are known functions of R, S, and A, which are mentioned
in Appendix D. Note that the dimensional O(Reg) correction in normal stress differences
un.GReg N I(ReE ) and n.G Reg NéReE ) depends on shear rate even when the applied electric field acts
in the direction of the shear flow or velocity gradient. Variations of the normalized first and second
normal stresses are shown in Figs. 7(a) and 7(b) for (R, S) = (0.1,2). Surface charge convection leads
to small changes in the first and second normal stresses that are attributed to the O(Reg) EHD flow.

C. Effect of shape deformation on the emulsion rheology

Now we investigate the effect of shape deformation on the emulsion rheology, neglecting the
surface charge convection. The expression of f(€@ [given in Eq. (59)] suggest that the drop deforms
to an ellipsoidal shape due to the combined effect of the shear flow and electric field. The sole effect
of shear flow is to stretch the drop along the extension axis (i.e., orient the major axis of the ellipsoid
at an angle 7 /4 with the direction of shear flow). On the other hand, the sole effect of the applied
electric field is to orient the major axis of the ellipsoid parallel (perpendicular) to the applied electric
field for Q7 > 0 (27 < 0). Simple calculation shows that in the combined presence of shear flow
and an electric field the major axis of the ellipsoidal drop makes an angle ¢, with the flow direction,

which can be obtained as
1 i(Ca)
$q = —tan”! (ﬁ . (78)

2 2,2

Thus, the applied electric field not only makes the drop ellipsoidal but also modulates the
orientation of the drop shape. This altered shape and orientation are important contributing factors
that will affect the resistance to imposed shear flow.
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FIG. 8. Variation of normalized effective shear viscosity with viscosity ratio for (a) R = 10and (b) R = 0.1.
The other parameters are takenas S = 1 and M = 1.

After incorporating the O(Ca) contribution, we obtain the effective viscosity

0 C
Mett = N0 4 Can'S”. (79)

The O(Ca) correction is given in Eq. (69). The dependence on the components of the electric

field (E, and E,) will be more apparent if we arrange néffa) in the form

cay vM[klEf + ko E2 + k3 E Ey(E2 + E2)M(S — R):| 50)

Tett = 70000 + (R + 2)°

where the terms ki, k>, and k3 are known functions of R, S, and A, which are mentioned in

Appendix E. A closer look into the expression of ngﬁ-“) reveals that the effects of the imposed shear

flow and imposed electric field are coupled and néff”) vanishes for M = 0, which was previously
shown by Schowalter et al. [10]. Importantly, the shape deformation alters the effective viscosity of
the emulsion even when the applied electric field is directed in the direction of either the shear flow
or velocity gradient. This is in contrast to the leading-order contribution of the applied electric field

that is nonzero only when E, E, # 0. Substituting ¢, = 0 or ¢, = 7 /2, we obtain that the O(Ca)

correction in effective stress Canggfa) is independent of shear rate. Thus, when the applied electric
field is acting in the direction of either the shear flow or velocity gradient, the emulsion behaves as
a Newtonian fluid but with altered effective viscosity due to shape deformation. However, Cangf“)
depends on the shear rate when E, E, # 0 and the drops and suspending medium are leaky dielectric
fluids with R # S.

The variation of normalized effective viscosity with the viscosity ratio is depicted in Fig. 8(a)
considering (R,S) = (10,1) for which Q7 > 0. We show the effect of shape deformation for ¢, = 0
and ¢, = 7 /2. When ¢, = 0 the applied electric field tries to stretch the drop in the direction of shear
flow, while the imposed shear flow tries to orient the drop at an angle 7 /4 with the direction of shear
flow. The combined effect leads to ¢; < 7 /4. Thus, the drop is aligned more towards the shear flow
direction, which reduces the flow resistance and thereby decreases the effective viscosity as depicted
in Fig. 8(a). In contrast, shape deformation increases the effective viscosity when ¢, = 7 /2. This is
due to the fact that when ¢, = 7 /2 the applied electric field tries to stretch the drop in the direction
of the velocity gradient, which leads to ¢, > m /4. Thus, the drop is aligned more towards the
velocity gradient direction, which increases the flow resistance and thereby increases the effective
viscosity. Importantly, Fig. 8(a) also depicts that the high-viscosity limit (i.e., A — 00) does not
lead to Einstein viscosity in the presence of shape deformation (i.e., Ca > 0). Figure 8(b) depicts

093602-21



SHUBHADEEP MANDAL AND SUMAN CHAKRABORTY

1.35

(b)

1.05
- ;“-\\
// N \\
1.25 , N 0.95}F
/ \
/ \
/
/
115 / 0.85}
— 7
\ / =
‘ \ , <
“ .
= \ S/
£ 1.05 N s 0.75F
E Sy
\ i,
N i
~__#
0.95 ——M=0,Ca=0o0r0.1 0.65}
R . ——-M=1,Ca=0 X
rrrrrrr M=1,Ca=0.1
0585 . . 0.55 . . . . . .
0 s s 37 LS 5m 31 n T 0 s ks 37 s 57 3w i T
8 4 B 2 8 1 8 8 4 8 2 8 1 B
o on

FIG. 9. (a) Variation of normalized effective shear viscosity with tilt angle. (b) Variation of drop inclination
angle with tilt angle. The other parameters are taken as R = 10, S = 1, and A = 0.1.

the variation of normalized effective viscosity with the viscosity ratio considering (R, S) = (0.1,1)
for which Q7 < 0. When ¢, = 0 the applied electric field tries to stretch the drop in the direction
of the velocity gradient. Thus, the combined effect of the shear flow and electric field leads to
¢a > m /4. This increases the flow resistance and thereby increases the effective viscosity as depicted
in Fig. 8(b). In contrast, shape deformation decreases the effective viscosity when ¢, = m /2 as the
combined effect of the shear flow and electric field leads to ¢, < 7 /4.

To investigate the effect of the tilt angle, we plot the variation of normalized effective viscosity with
the tilt angle in Fig. 9(a) for (R, S) = (10,1). The corresponding variation in drop inclination angle is
depicted in Fig. 9(b). Figure 9(a) shows that the tilt angle significantly affects the effective viscosity
in the presence of shape deformation. This is attributed to the fact that the orientation angle of the
ellipsoidal drop is strongly influenced by the tilt angle [refer to Fig. 9(b)]. The tilt angle modifies ¢,
and subsequently the O(Ca) flow. This O(Ca) flow gives rise to shape-deformation-induced effective
viscosity.

Shape deformation alters the normal stress differences. After incorporating the O(Ca) contribu-
tion, we obtain the normal stress differences

Ny =N® +CaN“, N, = N + CaN{“. (81)

The O(Ca) corrections are given in Egs. (71) and (72). The dependence on the components of
the electric field (E, and E,) will be more apparent if we arrange N I(C”) and NZ(C“) in the form

s 1A% +16° ki(E} — EJ)M(S — R) + ksE.E,
e ) B e J ,
! 40 (A +1)7 350001 + D3R +2)°

1 (19x + 16)(292% + 61X + 50) N
280 A+1)7

. ke Ex + kiE\(E7 + E;)M(S — R)
Y 350001 + 13(R +2)° ’
(82)
where the terms k4, ks, kg, and k; are known functions of R, S, and A, which are mentioned
in Appendix E. Substituting M =0 or E, = E, = 0 simplifies Eq. (82), which was previously
obtained by Schowalter et al. [10]. Note that the dimensional O(Ca) correction in normal stress

differences u.G CaNfC“) and p.G CaNéC“) depends on shear rate even when the applied electric
field acts in the direction of the shear flow or velocity gradient. Variations of the normalized first and
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FIG. 10. (a) Variation of first normal stress with tilt angle. (b) Variation of second normal stress with tilt
angle. The other parameters are takenas M =1, R =0.1, S = 1,and A = 0.1.

second normal stresses are shown in Fig. 10(a) and 10(b) for (R,S) = (0.1,1). Shape deformation
leads to a significant change in the first and second normal stress differences, which is attributed to
the O(Ca) flow.

D. Electric torque and its effect on the emulsion stress

Up to now we have only discussed the importance of the electric field on the dynamical properties
(effective viscosity and normal stress differences) that reflect the characteristics of the stresslet
@ Note that the stresslet is the symmetric and traceless part of the emulsion stress tensor. The
antisymmetric part of the emulsion stress tensor, which is termed the rotlet R, can be expressed
for a dilute emulsion as [39]

R@ = 3V /S e aye— [ - n)r] Vs, (83)

The integral on the right-hand side of Eq. (83) can also be represented in terms of the hydrodynamic
torque acting on the drop in the form [39]

[ S wr = [ ue] Jasi = e T, o

where € is the Levi-Civita tensor and 7 7 is the hydrodynamic torque acting on the drop. Combining
Eqgs. (83) and (84), we obtain the rotlet

RWM=—§3@-THy (85)
8

The genesis of hydrodynamic torque can be understood if we look into the torque balance
equation, which states that the electric and hydrodynamic torques balance each other in the form
[32]

T+ MTF =0. (86)
The hydrodynamic torque can be obtained as [39]

TH = 87V (r*x_0), (87)
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where x_, = r’2[C,2,0PL0 +C_y1P11cos¢p + CA',Q,I P; 1 sin ¢] is a decaying solid harmonic. The
electric torque can be obtained by integrating the electric traction vector in the form

/ / re€, X )r sin6dod¢. (88)
#=0 J6=0

Simple calculation shows that

THO _ TEO _

THRep) _ _ prERer) _

TH(Ca) — _MTE(Ca)

144 TMEEy(R — 1) R 72 M (E? — E?)(R — 1)?
Lé%‘”( T )>e + L33 B B .. (89)
5 (R+2) 5 (R+2)

It is apparent from Eq. (89) that a uniform electric field exerts a nonzero electric torque (which
translates to a hydrodynamic torque) in the presence of charge convection and shape deformation.
This nonzero hydrodynamic torque results in a nonzero antisymmetric component of the emulsion
stress tensor and effectively nonzero component of rotlet. The nonzero components of the rotlet are
obtained as

R = -RW = —3—”(Re TH®ReD) 4 CaTH(CD), (90)
8
where ’TH is the z component of the hydrodynamic torque. Important to note here is that even though
the electrlc torque does not influence the effective viscosity and normal stress differences, it does
affect the rheology of the system by producing the antisymmetric component of the emulsion stress
tensor.

V. CONCLUSION

In this paper we have studied the combined influence of a uniform electric field and simple
shear flow on the effective shear rheology of a dilute emulsion comprised of neutrally buoyant,
Newtonian, leaky dielectric drops suspended in an immiscible, Newtonian, leaky dielectric medium.
In particular, we have explored the importance of the direction of a uniform electric field relative to
the direction of shear flow. In the creeping flow limit, we have obtained an analytical solution for
the effective stress of a dilute emulsion by performing regular perturbation analysis for small but
finite values of Reg and Ca. The effective shear viscosity and normal stress differences are obtained
to O(v), O(vReg), and O(v Ca). Application of a uniform electric field generates electric torque
due to charge convection and shape deformation, which in turn induces hydrodynamic torque on the
drop. The electric torque leads to a nonzero antisymmetric part of the emulsion stress tensor. When
the electric field is acting in the direction of the shear flow or velocity gradient, the dilute emulsion
exhibits the following rheological characteristics [30]. (i) The effective viscosity is independent of
shear rate. (ii) The leading-order EHD flow has no effect on the effective viscosity at O(v); however,
the charge convection and shape deformation contribute to the effective viscosity to O(v Reg) and
O(v Ca), respectively. (iii) First and second normal stress differences are generated due to the
leading-order EHD flow, charge convection, and shape deformation.

The physical picture gets dramatically altered when we consider the tilted electric field. The tilt
angle has a significant effect on the effective viscosity and normal stress differences. The following
important conclusions can be drawn from the present study.

(1) In the absence of charge convection and shape deformation, the EHD flow augments or resists
the straining component of shear flow and thereby alters the effective viscosity and induces normal
stress differences. The present analysis shows that the applied electric field alters the effective
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viscosity only when E,E, # 0 and R # S. Most importantly, the applied electric field induces
shear thinning or thickening behavior, depending on the values of ¢; and R/S. There is a critical
Mason number M., for which the effective emulsion viscosity is the same as the viscosity of
the suspending medium. Notably, the effective viscosity is larger (smaller) than the viscosity of
the suspending medium for M < M. (M > M,,). The electric field has a significant effect on the
effective viscosity when the drop is less viscous than the suspending medium; the effect of the
electric field is diminished for A — oco. The normal stress differences are independent of shear rate,
but the signs of the first and second normal stress differences are strongly influenced by ¢, and R/S.

(ii) In the presence of charge convection, the distribution of surface charges generates an imbalance
in tangential electric stress, which leads to an O(Reg) modification of flow field and thereby a change
in the effective viscosity and normal stress differences. Charge convection can augment or reduce
the effective viscosity depending on the R/S ratio and ¢,. The charge-convection-induced alteration
in effective viscosity depends on the shear rate only when E,E, # 0 and R # S.

(iii) In the presence of shape deformation, the O(Ca) modification of the flow field alters the
effect viscosity and normal stress differences. When the drop is inclined more towards the shear flow,
the resistance to flow decreases and the shape deformation reduces the effective viscosity. When
the drop is inclined in the velocity gradient direction, the resistance to flow increases and the shape
deformation augments the effective viscosity. The shape-deformation-induced alteration in effective
viscosity depends on the shear rate only when E, E, # 0 and R # §.
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APPENDIX A: EXPRESSION OF DIFFERENT TERMS IN THE LEADING-ORDER SOLUTION

The solid harmonics present in the leading-order flow field are obtained as

Py = A (AT Pro + A3Y) cos2e) Prs + Ay sin(2¢) Pas ],

3 = r2[ By  Pro + Byy) cos(2¢) Pos + By Y sin(2¢) Py ],
Y = r[BES Poo + BE) cos(26) Paa + BEY) sin(29) Py o],

PP = r (AL Pog + AT, cos2) Pay + AED) sin2¢) P 5 ],

Py = a2 43D sinQe) o, @3 =128y sin(29) P,

X]S(O) VCS(O)Pl 0s pE§°) = _3AS(0) sin(2¢) P> 5,

@3V = r3B%Y) sin29) P15, (A1)

where the coefficients are obtained as

L5063 M(E:+ E})(R —S) FO _ _AzE,BO) ro_ 63 M(E - E})(R —S)
2,0 10 (R+22(A+1) = 20 147 722 720 (R+2*0+1)
E(0) AEQ©)
BEO _ Ay REQO) _ 63 ME E.(R—S) BEO) _ Ay
2,2 14 ’ 2,2 10 (R+2)2()\+ l)’ 2,2 14 )
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2 2 E0) 2 2

AEO _ _gM(Ex + EJ)(R — S) BEO _ A3 0 Eo) _ 9 M(E; - E})(R—S)
30 = s B3o=—+—

B 5 B

(R+2%(A+ 1) 6 TT2T10 (R+2P(+ 1)
E0) ~E(0)
BEO _ A5, ar0 _IMEE(R—S)  sro) _ AL pso_ T
-32 6 M5SR4+ 6 = 22 T4+ 1)
A5 1 1245 1 2
SO _ 22 SO _ B LB . A2
2.2 14 1.0 2 —3.2 6 A+ 1 —3.2 2r+1 (A2)

APPENDIX B: EXPRESSION OF DIFFERENT TERMS IN THE O(Reg) SOLUTION

The coefficients present on the right-hand side of O(Reg) charging condition are obtained as
0) 1 4 EO E0) A(0) S (0) 6 (AE (0) AS (0)
Zin =) {—5A00 + 5400 LA +35(Ayy +437))}

{-¢
Zii =% (A" + A7) +CS‘°)} + 51{ $A20 — EAIZE,(ZO)}’
c { E(O) 5(0)}

23, =c§?3{1§5A§E?) BATD) - & ,

221 = — scD A0 1 A0} 4 0 AT + AT,

Zss = 15N ALY — st {ASS) + A3,

233 = s AEY 4 ASD) + e ALY B

The coefficients present in the solid harmonics of the O(Reg) flow field are obtained as

ARep) _ __ (@n+3IM (ge®er) — giRen))  pRer) — _ At

" nh+ D@2n + 1) nm ) 202n +3)
Rep) _ M2 —1) ey R _ n (Rep)
b T o4 3 m+ 1) T T T 0 £ 34+ 1)

R R

CRer) _ M(hefl,,‘,’f) hi ,ff)) c®er)  _ c(Rep)

n,m I’l(}’l + 1)(}1 4+ 2 _ )»)’ —n—1,m nm
ARer) _ M(Aemem giRer))  pRen) — _ _ARE

. n(.+ D2n+ 1) ’ 202n +3)’

ARer) n(2n — 1) ARep)  pRep) n ~(Rex)
Tl T o4 41T T T 20 £ 3)(m+ 1)
;,eazeh-) _ ;,l-<ReE> .
e = L. et = em. ®)
nn+Dn+rn+2—-21)

where gi(Rer), giRer) geRer) goRer) piRee) fyjRer) peRer) and helRer) can be obtained from the
relations

Z Z (gilRer) cosmep + giReH) sinmp) Py, =1 - {V x (r x TE(ReE))H
n=0 m=0

r=1’

D0 (gelRer cosmep + 2Rt sinm) Py =1 {V x (r x TE®)}|
n=0 m=0

r=1’
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[e.¢] n
DO (iR cosme + hifSer) sinm) Py =1 - {V x T R

n=0 m=0

[o.¢] n

DO (el cosme + helRe sinm) Py =1 {V x TE®OY| (B3)
n=0 m=0

Here T ®°® and TE®Res) are the O(Re) electric traction vectors of the form

ER 0 R 0 R 0 R 0 R
TP = SH{EVEN™ — YQEDES™ +2EQEf +2E Efy) Je,

1 l

BB+ B ED) e+ [(EDESY + ERVED ] m

and

TEReD) = [{EQER® — LQEOER + 2EG ES? + 20 ESS) e,

e;re,r

H{(EQES + ESEG) oo + {(EQELY + ESEG ) fes] (BS)

APPENDIX C: EXPRESSION OF DIFFERENT TERMS IN THE O(Ca) SOLUTION

The coefficients present in the O(Ca) electric potential are obtained as

9 R-—1 "
(Ca) (Ca) (Ca) (Ca)
1,1 = gm[EX(Lz,o - 6L2,2 ) - 6L2,2 Ey]’
~(Ca) _ 9 R —_ 1

o= gm[E.v (L5s" +6L5S) — 6153 E, ],

1 N 1
c c c A(C
b(—za,i = 5(1 - R)ag,la)’ b(—za,i = g(l - R)ag,lu)’

3/R—-1 .

(Ca) (Ca) (Ca) (Ca)
b = (5 LY + )8, - LB
A 3/R—-1 A

(Ca) (Ca) (Ca) (Ca)
5 = (5 Y + L), - LB,

3 /R-1 A
C C C
b =5 (55 %) LY+ LR

10\2+R
~ 3/R—-1 ~
(Ca) (Ca) (Ca)
bZy 5= E(H—R> (L3 Ey + Ly, Ey). (CI)

APPENDIX D: EXPRESSION OF DIFFERENT KNOWN FUNCTIONS IN EQS. (75) AND (77)
The expressions of [{—I7 are obtained as
I} = 45(R + 2)*[315R*A — 386R> — 124RS — 630RAS — 210RA
—1620R — 1360 — 8401 — 80S — 840S4],
I, = —45(R 4+ 2)*[315R?A + 1016R* — 1136RS — 210R A + 1200R
— 630RAS — 8401 — 1600S — 84051 — 320],
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I3 = 1944[—80S — 54RS + 69R* + 40 4 130R],
Iy = 33534R? — 26244RS + 63 180R — 38 8805 + 19440,
Is = —4725(3R + 4)(R + 2)*(A + 1)(R — 2 — 28),
ls = 135(R + 2)*[105R*1 — 22R?> — T0RA — 68RS — 220R — 210RAS
— 28081 — 280 — 80S — 240],
l; = 67068R? + 126 360R — 52488R S + 38 880 — 77 760S. (D1)

APPENDIX E: EXPRESSION OF DIFFERENT KNOWN FUNCTIONS IN EQS. (80) AND (82)

The expressions of k;—k; are obtained as

ki = —135(R + 2)*[90R> + 904> R? + 26022 R? + 260R>A + 131412 R? + 1624AR> + 640R?
+ 34233 R? — 3420°RS 4+ 2R + 651A>R + 263AR — 1314A>RS + 4141°R — 1624R S
—640RS — 2725 + 18023 — 1431512 — 68451> + 180 4 5204% + 5204 — 1043SA],

ky = 45(R + 2)*[290R> + 39513 R® + 1110A2R? + 1005R3A + 2841A2R? + 1176AR*> — 128R?
+15012° R* — 1501A* RS + 1898 R + 5943)*R + 5952).R — 2841A*RS
+ 18170°R — 1176RSA 4 128RS — 27685 + 7901% — 927351 — 30025A°
+ 580 + 222017 4 20101 — 8967 SA],

ky = 972(—12 + 15R — 16 + 13AR)(SAR* + 5R* + 9AR + 6R — 19SA + 51 — 16S +5),

ks = 486(15R + 13AR — 161 — 12)(51 + 5 — 19SA — 168 + 5AR> + 5R?> + 9AR + 6R),

ks = 315(54 4+ 5 — 1954 — 16S + 5AR?> + 5R?> + 9AR + 6R)(» + 1)(19A + 16)(R + 2)°,

ke = —45(R + 2)*[250R> + 555R3A + 14543 R® + 45022 R® + 55103 R? + 1952R?
+26491%R* + 41580 R? — 551A°RS — 4158SRA + 357A*R + 667A°R
—2649A°RS + 36AR — 19528 R + 130R — 880S + 500 — 170154 + 2901
—1707A%S + 11104 + 900A% — 110282°],

k; = 486(—12 + 15R — 161 + 13AR)(5SAR* + 5R> + 9AR + 6R — 1951 + 51 — 165 + 5).
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