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We theoretically and experimentally investigate the settling velocity and deformation
of a leaky dielectric liquid drop in a second leaky dielectric liquid subject to a uniform
electric field, E. Both shape distortion and charge convection, when coupled with the
asymmetric velocity profiles, will produce a net drag and a shift in the settling speed.
Perturbation methods for small shape distortion and small charge convection are used
to solve the problem. Corrections to the settling velocity from both contributions are
combined linearly at the lowest order, and show a dependence on the drop size. The
shape distortion due to charge convection is known to be asymmetric. Experiments are
performed to measure the settling velocity and deformation of phenylmethylsiloxane-
dimethylsiloxane (PMM) drops in castor oil. The experimental results are in qualitative
agreement with the theory: the symmetric and asymmetric deformations and the
change in settling velocity are all proportional to E?, as predicted, and the settling
speed shows the correct trends with drop size. Quantitative agreement is lacking,
presumably due to the imprecision of the fluid properties, but the theory can fit all
the data with reasonable choices for these properties.

1. Introduction

It is well known that liquid drops will be deformed when subjected to an external
electric field. Taylor (1966) proposed an electrohydrodynamic theory based on a few
assumptions: a neutrally buoyant drop, a quasi-static electric field, leaky dielectric
fluids, weak deformation and no charge convection. There is no free bulk charge, but
a small but finite conductivity coupled with a difference of dielectric constant and
polarization allows charge to accumulate at the interface, so Taylor’s theory is also
called the ‘leaky dielectric’ model (Saville 1997). This accumulation of charge produces
a non-zero tangential electric stress which drives a fluid motion and produces both
tangential and normal hydrodynamic stresses. Shape deformation can be calculated
as a perturbation from sphericity by balancing the normal electric and hydrodynamic
stresses with the capillary pressure. Taylor’s theory is in good qualitative agreement
with the experimental results in predicting whether the deformation is prolate or
oblate; however, Torza, Cox & Mason (1971) reported quantitative discrepancies
between Taylor’s theory and their extensive experimental measurements. Drops were
found to be more deformed than the theoretical prediction for both prolate and
oblate deformations. For prolate deformation, the deformation measurements are 2
to 4 times greater, and for the oblate case, 1 to 2 times greater than the theoretical
predictions. Ajayi (1978) took into account higher-order terms in the shape distortion
and predicted increased deformations for some of the fluid pairs of Torza et al., but
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this higher-order theory is insufficient to remove the discrepancy. Vizika & Saville
(1992) carried out further experiments in which all the electrical properties of the
liquids were measured. The drops were still found to be more deformed for prolate
systems, but with better agreement with the theory, while the measurements for oblate
systems were lower than the theoretical predictions. Feng (1999) computationally
calculated deformation with the consideration of charge convection, and found
that charge convection tends to enhance the prolate deformation and reduce the
oblate deformation. These results help to explain Vizika & Saville’s experimental
measurements to some extent; however, Feng did not make a quantitative comparison
because Vizika & Saville (1992) only provided the ratios of conductivity in their paper.
In summary, although the basic phenomena are captured by the leaky dielectric model,
there is still a lack of quantitative agreement between the theory and experiments;
but as mentioned above, the theoretical calculations by Ajayi (1978) and Feng (1999)
help to reduce the divergence to some extent. As we will see, this qualitative (but not
quantitative) success of the theory will extend to our results as well.

For stationary drops with charge convection, the tangential electric stress is still
antisymmetric with respect to the equatorial plane normal to the electric field.
Therefore there is no drag for such neutrally buoyant drops, and the deformation
remains symmetric. For translating drops, however, charge convection due to the
asymmetric velocity breaks the antisymmetry of the electric stress and induces a net
drag, and the deformation is no longer symmetric. Spertell & Saville (1976) took
charge convection into account and theoretically calculated both shape distortion
and the correction to the settling velocity of spherical drops in an electric field by
perturbation theory for weak convection. We discuss their results in more detail
below.

Settling velocity, shape distortion and charge convection are all coupled, i.e. one
influences the other. Without charge convection, the electric and flow fields are coupled
through the shape distortion. For drops undergoing translation, the asymmetric
velocity and the shape distortion, acting together, produce a net drag and a shift in
the settling speed. Therefore considering a settling drop in an electric field, by pursuing
a perturbation analysis similar in spirit to that of Ajayi, we can calculate the correction
to the settling velocity owing to shape distortion. On the other hand, when charge
convection cannot be neglected, the electric and flow fields are additionally coupled
through convection. There is also a shift in the settling speed even for spherical drops,
and the deformation is altered by charge convection to be asymmetric: these two
effects were the primary predictions of Spertell & Saville (1976).

The objective of this work is to study the coupling of settling velocity, shape
distortion and charge convection theoretically and experimentally. Until now there is
no experimental study of the settling velocity and deformation of a settling drop in
an electric field. In fact, in order to avoid settling, previous experiments dealt with
nearly isopicnic fluid pairs. Great efforts were made to mix fluids or find fluid pairs
of similar densities; but there still exist some small density differences in many fluid
pairs, as in Torza et al. (1971), where the typical density difference was 40kgm™.
Therefore, they had to make the drop sizes small (seldom greater than 1 mm) to avoid
settling, and this incurs a greater error in measurement. Since we expect settling drops
to occur more commonly in applications, it is useful to extend the theory by the
consideration of a mean settling velocity.

The problem is formulated with all assumptions and boundary conditions in §2.
In §3, we present the solution procedure and results of the perturbation analysis for
small shape distortion and recapitulate the calculation of Spertell & Saville (1976) for
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FIGURE 1. Schematic diagram of a translating drop in a uniform electric field.

weak charge convection, but in a more direct fashion than in their original exposition.
In §4, we discuss the experimental procedures and results of deformation and settling
velocity measurement, and concluding remarks are made in § 5.

2. Problem formulation

We consider a leaky dielectric liquid drop suspended in a uniform flow of a second
leaky dielectric fluid and subjected to a uniform external electric field as shown in
figure 1. We denote the fluid viscosity, conductivity, dielectric constant and density
by u, o, € and p, and use a tilde to identify the drop phase. y denotes the interfacial
tension, U the velocity at infinity, E the electric field strength, and a the undeformed
drop radius. r, @ are the radial and angular coordinates components in a spherical
coordinate system whose origin is at the centre of the undeformed drop. The shape of
the drop is taken to be axisymmetric, so there is no ¢ dependence. The deformed drop
surface can be expressed as the dimensional radial position as a function of the azi-
muthal angle as r =a(1 + ¢(0)), where () is to be calculated as part of the solution.

2.1. Scaling and dimensionless parameters

We scale length by the radius of the undeformed drop a, and the surface charge by
eeoE. There are two possible velocity scales: the electrohydrodynamic velocity and
the settling velocity U. These two scales are driven by two independent and equally
important mechanisms, the first of which is due to the applied external electric field E,
while the second arises from the density difference between the drop and continuous
phases. In like manner, there are two possible stress scales: an electric stress ego E? and
a viscous stress nU /a. In this analysis, we choose U as the velocity scale because it is
more convenient when we calculate the correction to the settling velocity, and corres-
pondingly we choose the viscous stress as the stress scale. In the electric part of the
problem we use the electric field intensity at infinity E to scale the electric field, and in
this way we keep eg9E? as the scale for the electric stress. The dimensionless parameter

asgyE?
ntu

W:

: (1)
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gives the relative strength of these two stresses. Other important dimensionless
numbers are:
Re="Y% o=tV Re,= . =L R= 2 0=%
1% 14 ao o 124 €
The Reynolds number Re represents the relative strength of inertial force and viscous
force, the capillary number Ca is the ratio of viscous forces to capillary forces, and
the electric Reynolds number Reg is the ratio of charge relaxation time ggy/o to the
flow time a/U. Cag = CaW is the electric capillary number which gives the relative
strength of the electric stress to that due to interfacial tension and curvature. Only
two of the set of (Cag, Ca, W) are independent.

.M ¢

Q| Q

2.2. Governing equations and boundary conditions
We take the electric field to be quasi-static and determined in the usual way from
a potential as E =—V®. The electric potentials, outside and inside the drop, @, &,
satisfy Laplace’s equation, the solutions of which can be expressed as:

@ =3 (an" + b ") Py(n), (3a)
n=0

& =" (ar" + b~ "V) P,(n), (3b)
n=0

in which n= cos#, P,(n) is the nth order Legendre polynomial, and a,, b, and d,, b,
are unknown constants that must be determined.
Boundary conditions for the electric field are:

el the electric field is uniform at infinity;

¢2 inside the drop the electric fields are bounded;
and at the interface:

e3 the tangential components of the electric field are continuous;

e4 charge convection balances charge conduction.
The first two boundary conditions el and e2 imply that some of the constants in (3)
are zero: (4) gives the simplified expressions that satisfy these conditions.

® =—rPi(n)+ Y _ by "P,(n), (4a)
n=1
é = Z&,,r"Pn(n). (4b)
n=1

Here b, and a, are to be determined through the remaining boundary conditions.

In this study, the Reynolds number is assumed to be small, so inertial terms can be
neglected in the momentum equation, and the flow is a Stokes flow. The associated
streamfunctions ¥, ¢ satisfy:

E‘w =0, E*¥ =0. (5)
The general solutions to (5) have the form of (Leal 1992):
W= (A" 4 B Gt 4 D) ), (6a)

n=1

G = (A" + By + Cor®™ 4 Dyr ™) Qu(n). (6h)
n=1
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Here, Q,(n) is the nth order Gegenbauer polynomial, and A,, B,, C, D, and A,,
B,, C,, D, are unknown constants that will be determined by applying boundary
conditions.
Boundary conditions for the hydrodynamic problem are:

f1 uniform flow at infinity;

f2 inside of the drop the velocities are bounded;
and at the interface:

/3 the normal velocities are zero;

f4 the tangential velocities are continuous;

f5 the tangential viscous stresses are balanced with the electrical stresses;

f6 the jump in total normal stress is balanced by that due to interfacial tension.
By applying the first two boundary conditions f1 and f2, equation (6) can be
simplified as:

W =r’Qin)+ D> (Car™™" + Dur ™) Qu(n), (7a)
n=1
&= (A" + By 0.u(n), (7b)
n=1

thus reducing the number of constants remaining to be determined through the
remaining boundary conditions.

2.3. Coupling between electric and flow fields

In the following equations T represents the stress tensor, with subscripts ¢ and n for
tangential and normal components, subscripts H and E for the hydrodynamic and
electric Maxwell stresses respectively, and [ -] denotes a jump across the drop surface,
i.e. la]l =a — a. All the variables and parameters are dimensionless. The Maxwell
stresses are given by:

[(T)el = 5[« (7 — E7)]. (8a)
(7))l = [« E E, ], (8b)

where k =1 on the medium phase side of the interface, and £ = Q on the drop phase
side. There are more complicated but standard expressions for the hydrodynamic
stresses, which we do not write down.

The electric and flow fields are coupled through the three most important boundary
conditions that hold at the interface, which in the dimensionless scaled coordinates is
now at r =1+ ¢(6).

Tangential electric stress drives the fluid motion (boundary condition f5):

WI(T)ell + [(T2)u] = 0. )

The electric and hydrodynamic stress jumps involve the property ratios R and M in
algebraically complicated but known ways.
The electric and flow fields determine the shape (boundary condition f6):

WI(T)e] + [(T)ull = Ca™' (o' + p3), (10)

where p; and p, are the two principal radii of curvature of the drop surface.
Deformation is calculated by balancing the electric and viscous normal stress with
interfacial tension, whereas shape distortion also affects the electric and flow fields.
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Electric and flow fields are coupled through charge convection (boundary condition
ed):

[BE,] = —RegV-(qVy), (11)
where 8 = R on the medium phase side of the interface, and =1 on the drop phase

side. V,+ () is the surface divergence, and V the dimensionless surface velocity. The
surface charge distribution in (11) is given by:

q = [«E,]. (12)

From (11), it is obvious that the importance of charge convection is measured by the
electric Reynolds number Rer. When Repg is small, the right-hand side of (11) can be
neglected, that is, the effect of charge convection can be neglected.

3. Solution procedure and results

The theoretical prediction of the shift in settling velocity is divided essentially into
two parts. In the first part, we compute the shift due to shape deformation by small
deformation theory. In the second part, we solve the problem for the shift due to
charge convection for a spherical drop by perturbation in Reg. Although this latter
problem is identical to that solved by Spertell & Saville (1976), we obtain their results
in a direct fashion. Finally, the two corrections are combined and the implications
for experiments are discussed.

3.1. Solution and results considering shape distortion only

In this section, we assume there is no charge convection, and study the coupling of
shape distortion and settling velocity. As we described in §1, for drops undergoing
translation, the asymmetric settling velocity coupled with shape distortion breaks the
symmetry of the flow field and produces a net drag and a correction to the settling
velocity. We employ an analysis similar to that of Taylor (1966) and Ajayi (1978) by
assuming the electric capillary number Cag is small.

The drop surface can be expressed in general in a Legendre series:

r=1l4+c) =14 w,P.n). (13)
n=0

where the w, determine the shape distortion. The w, are taken to be small and are
related to the physical parameters of the problem through the interfacial boundary
conditions. For small deformation, the curvature in (10) can be expressed as (Landau
& Lifshitz 1959):

d de
! Sl=2—2c— (1 —nPH)>5s. 14
Pt S dn ( n) dn (14)
In the following expressions, the superscript represents the order of the perturbation.

The zero-order (spherical drop) solution is a combination of Hadamard-Rybczynski
and Taylor circulations.

3M +2 M
o= (r2 oM i 0 o 1)r1) Q1+ 2Vell —r)0n 1)
g0 _ #(r‘* —r?) Q1 + 2Ve(r’ —r?)Qs, (16)

M+ 1)
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FIGURE 2. Schematic diagram of streamlines inside (a) a spherical drop; (b) a deformed drop.

where
9R(1 — RQ)

Ve = "T0M + 2R + 17

(17)

is the dimensionless maximum velocity at the interface and appears as a key parameter
in other analyses of drops in electric fields (Chang, Carleson & Berg 1981; Ward &
Homsy 2001, 2003).

The first-order shape distortion is determined by the zero-order electrical and
viscous normal stresses. Substituting the zero-order solutions into the boundary
condition of normal stress balance (equation (10)), we find the only Legendre
polynomial required in (13) is P,, and the first-order shape distortion is that calculated
by Taylor (1966):

R(1— QR)(2 + 3M)
5(M +1)

(1) 9CGE 1

=% 1114 R _20R?
2 =gar+e 0T QR+

(18)

From the analysis of Taylor & Acrivos (1964), a uniform flow will not alter the shape
of the drop in a Stokes flow, so the deformation is caused entirely by the electric
stress.

Figure 2 gives the schematic diagram of the streamlines inside a spherical and
deformed drop. At zero order (spherical drop), for given fluid properties and W
(equivalently Vg), the flow is given by (15) and (16). The shape distortion will affect
the electric field and hence the electric stress. Since the electric field is still quasi-static
and there is no charge convection, the problem for @), @1 still reduces to Laplace’s
equation, subject to [[E;] =0, [BE.] =0 on the distorted shape. After these first-order
fields are found, the perturbations to the electric stress are used to solve the flow
problem subject to (9) and f3 and f4 on the distorted shape. Thus we use the
first-order deformation to correct the electric and flow fields. At the deformed drop
surface r =1 + a)(zl)Pz, the normal and tangential unit vectors n, ¢ are different from
the spherical coordinates r and 0. Let o denote the angle between n and r. Assume
the electric capillary number is small, i.e. |a)(21)\ < 1, therefore,

o = tan(a) = —. (19)
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Then we can express the normal and tangential components of any vector at the
deformed drop surface in terms of their spherical components as:

Al = 4,1 - o S A, (20)
Al = Aol + 0 ST 0, ) e

The bracket notation is as follows. A, [r] (for example) denotes a quantity evaluated
on the actual (deformed) surface, r =1+ ¢(0), while A,[1] indicates the quantity
evaluated at the undeformed surface r —1 Assuming A, and A, can be expressed as
perturbation expansions in powers of a)2 , we can expand (20) to the first order as:

(1) dP2

Al = AP+ 0 AT — 0y 2 (AP I] + 8 AL 1)), (22)

In (22), 21 appears both explicitly as the perturbation parameter and implicitly in
the argument of the drop surface r. By doing a Taylor series expansion about the
spherical drop surface at r =1 in the usual way, and keeping only the linear terms in
a)(zl), we can rewrite (22) as:

0)
Adlr] = AP+ w‘z”( 00+ 2 [ - A ]‘if;z) (23)
and in the same way, (21) can be expanded as:
©) W[ 40 24y 0792
Al = AP T + o (AT + s[4 A0 ) 24)

With (23) and (24), we are able to transform the boundary conditions at the deformed
drop surface to those on the spherical surface.

Equations (23, 24) make it clear that a)zl) is the small perturbation parameter,
and from (18), it is proportional to the electric capillary number Cag. Therefore,
we express the electric potentlal and the streamfunction up to the first order as:
0 =00 4 oo v = w(o + o'y (M. A tedious but straightforward calculation gives
the non-zero constants in the electrlc potentials (equation (3)) as:

m_6@R-1P 4 9R-1 g _I8RR-1)

- = = 2
LT 52R+1) 52R+10 T S 2R+ (25)

and the non-zero constants in the streamfunctions (equation (6)) as

C(1)=3M2—M—1—8 (1)2_3(M2—M+2) m_ (241—R)  12(1—M)

! 1oM+1)2 " ! oM+12 ° 72 S2R+1)  35(M+1)

w_ (_H0=R) 8@4+M)\, o 63M+54 o, 63M+12

27U 5QR+1D) 335M+10)))F TR T 35M+1) T 33(M+1)
92 164

Ci'= Ve, DY == Ve

(26)
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and
ay _ 4=2M g 3M—1) gy _ (24(1—R)  62M +38
Al - PR B] - bR A2 = 5
(M +1) 5(M +1) 5QR+1) 35M +1)

B0 _241—R)  42M +18 A 6 50 _ o
? SCR+1) "3sM+1)) B Y T am+1y B B0

8 " 128

A =3V B3V

(27)
As is well known (Leal 1992), the drag on an axisymmetric body is related to the
expansion of the streamfunction (equation (6)) by:

Fp =4nuUaCy,

3M +2 1)3M? — M +38

=d4nula| ————— —_ ],
T "( XM+ 1) T TI0M + 1)

AU _3M+2 93M? — M + 8)
TN TOM 1 1) T 40(M + 1)2QR + 1)

R(1— QR)2+3M)

CaE .
5(M +1)

The leading term in (28) is, of course, the Stokes drag on a spherical droplet, and is
the key result. Anticipating our experiments on settling drops, we balance the drag
with the net buoyant force and calculate the settling velocity. Equation (29a) gives the
resulting expression for the settling velocity normalized by the Hadamard—-Rybczynski
velocity Uy. Since in the perturbation method, the electric capillary number is assumed
to be small, (295) is the binomial expansion of (29a) to the first order.

[;(1 + R>—20R?

(28)

U 1
Uy 93M> —M +8 R(1—QR)2+3M ’
- 20(2R~|(—1)2(M+ 1)(3314+2){;(1+R2_2QR2)+ : S(QM)+( ) )}CGE
(29a)
93M*— M + 8 R(1—QR)2+3M
=1 20(2R J(r 1AM + 1)(3)M+2) {é(l TR-20R)+ ( S(QM)Ji 1) )]CaE
+ 0(Caz), (29b)
where
Uy = ggaz(f’ —p)M+1 (30)

9 n M+3
Equation (29) is the main result in this section, which gives the correction to the settling
velocity for small distortions. Notice that in (29b), (3M? — M + 8) > 0, so the sign of
the correction is determined by the term in square brackets, which is known as Taylor’s
discriminant. When Taylor’s discriminant is positive, the shape of the drop is prolate
and the drop falls faster; when negative, the shape is oblate and the drop falls slower.
This is reasonable since the correction to the drag is entirely due to shape distortion.
When distortion results in oblate shapes, the drag increases because of the increase
of cross-sectional area in the flow direction, and vice versa for prolate distortion.

3.2. Solution and results considering charge convection only

Spertell & Saville (1976) calculated the correction to the settling velocity and the
deformation due to weak charge convection. Although their results are correct, their
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FIGURE 3. Schematic diagram of streamlines and charge distribution in (a) a neutrally
buoyant spherical drop; (b) a settling spherical drop.

analysis is complicated. They use y /a to scale stress, and let both Ca and Cag be small
parameters in their perturbation method. Recognizing that the proper perturbation
parameter is implied by (11), i.e. the electric Reynolds number Reg, we can simplify
Spertell & Saville’s calculation.

Figure 3 shows a schematic diagram of the streamlines and charge distribution with
charge convection for a neutrally buoyant and settling spherical drop, respectively.
Without settling, the charge distribution, while influenced by convection, is still
antisymmetric with respect to the equatorial plane. So the corrected flow field is
antisymmetric and there is no drag. With settling, however, the asymmetric settling
speed coupled with charge convection results in a charge distribution that is no
longer antisymmetric about the equatorial plane; as a result, there is a net drag and
a corresponding change in settling speed.

Since the domain is spherical to leading order, the solution procedure is
straightforward. First, we evaluate the convective term V- (gV;) from the zero-order
solutions and calculate the disturbed electric field. Then, the flow field is solved by
applying boundary conditions (9), f3 and f4 on a sphere, and the shape distortion
can be corrected by computing the total normal stress. For a spherical drop, charge
convection corrects the zero-order solution as ¥ =¥® + Regzy") 4+ O(Rez). (Note
that although we use the same notation, the first-order streamfunction ") we solve
for is different from the one in §3.1.)

The electric and flow fields are now coupled through the effect of charge convection,
so the first-order electric field is corrected by the zero-order solutions by expanding
(11) in spherical coordinates:

1 ([kEQ] vy sing)

[BE"] = —Ree o 80 G
We obtain the non-zero constants in (3) as:
a0 — p)
J_ _12RO—RQ) oy _ 3R(1—RQ)
! 5R+12 B 72 QR+ 1DBR+2)(M + 1)’ (32)
bl — 48R(1 — RQ)

C5Q2R+1)4R+3) &



Settling velocity and shape distortion of drops in an electric field 405

By applying boundary conditions (9), f3 and f4 on a sphere, we obtain the first-order
flow field as:

CcV =AWV = _ph — _gW), (33a)
2(3R RQ +3)
clh = 33b
! 3(3R+2)(M+ )~ (33b)
8[124R—RQ+4) 2R+2RQ—1

1 _ ° _ 2 ;

C =37 @R+ R+l | B (33¢)
123R +4RQ —2)

M _ _ 33d

3 T3R +2)(M + 1) (33d)
320(4R + 6RQ — 3

Cé(tl) _ (4R + 6RO — 3) (33e)

63(4R + 3) Er
Since C; is known, the correction to the settling velocity can be calculated as before,
U 1

Uy . ORI-RQBR—RQ+3) (34a)
SQR+ PR +2)GM + (M + 1) "
or since Rep is assumed small,
U _ 6R(1—RQ)3R —RQ +3) )
Un = TSER+1PGR+20M 1 oM + 1) Rer T O(Re). - (34D)

Considering charge convection also makes further corrections to the first-order Taylor
deformation (equation (18)), which as is well-known, is proportional to a E>.

Substituting the first-order solutions (equations (32) and (33)) into (10), we calculate
the higher-order non-zero terms in (13) as:

W — <24(2M +3)4R—RQ+4)  16MR+ 4R+ T6MRO + 64RQ + 22M + 28)

2 35(4R +3) 152R + 1)
X RegViCa, (35a)
132MRQ — 6MR + 120RQ + 39M — 15R + 45
(2) _
wy = BERL )M+ 1) RegViCa, (35h)
8(102MRQ — 16RM + 33M — 20R + 96RQ + 36) ,
(2) _ 2
w;, 189(4R 1 3) RepViCa. (35¢)

As mentioned, (34) and (35) are originally due to Spertell & Saville (1976). The effect
of charge convection coupled with the settling velocity causes the shape distortion
to be asymmetric. (Similar asymmetric shapes have been calculated for conducting
drops with a net surface charge in a field by Adornato & Brown (1983), who also
used perturbation methods for weak distortion. The origins of the asymmetry are
very different in the two problems, however. In Adornato & Brown, it is due to
a third-order coupling between a point source and a dipole, while in Spertell &
Saville (1976), it appears at second order for the reasons stated above.) In (35), w
is antisymmetric with respect to the equatorial plane, while others are symmetrlc so
the net shape distortion is asymmetric. Analysing the magnltude of the terms in (35)
in orders of the electric field strength, we find both a)z ) and w ) are proportional to
aE*, while »{"is proportional to E2, independent of a.

Following other investigators, we define the deformation D as the difference of the
lengths of the axes parallel and perpendicular to the electric field divided by their
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FiGURE 4. Effect of charge convection without settling: R=100, 0 =1.7, M =0.03, W =2.7,
Ca=0.1, Reg =0.18, (a) streamlines, (b) magnified normalized velocity vectors, (c) charge
distribution, (d) tangential electric force. In (¢) and (d) dashed lines are the zero-order
solutions.

sum: D>0 or D <0 for prolate and oblate deformations, respectively. From the
above, we have the full expression of the deformation as:

B 3a)(21) + (30)52) + %wf))
4+ 0 + o + Lo

(36)

The term in brackets is due to the contribution of charge convection, and it is always
positive. This is consistent with Feng’s numerical results that charge convection always
enhances prolate deformation and reduces oblate deformation.

The antisymmetric shape distortion w(32) cancels in the expression of D: therefore,
this measure of deformation is incomplete for asymmetric distortions. In order to
measure the antisymmetric distortion we define AD as the difference of the radii
parallel to the electric field divided by their sum. Equation (37) gives the expression:

Iy —ri a)(32)

AD = - Dy @ 0 (37)
r+r 1-|—a)(2 + oy, + w,

and since a)gz)is proportional to E2, AD has the same E* dependence.

To help explain the coupling of charge convection and settling, the flow fields
are plotted for neutrally buoyant and settling drops, respectively. Figure 4 shows
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FIGUre 5. Effect of charge convection with settling: R=100, Q=1.7, M=0.03, W=2.7,
Ca=0.1, Reg =0.18, (a) streamlines, (b) magnified normalized velocity vectors, (c) charge
distribution, (d) tangential electric force. In (¢) and (d) dashed lines are the zero-order
solutions.

the theoretical results of the effects of charge convection for a suspended spherical
drop, with the choice of physical properties as R=100, Q =1.7, M =0.03, W =2.7,
Ca=0.1, Rex =0.18. (For neutrally buoyant drops, the velocity scale is given by the
electro-hydrodynamic velocity Vg, so the dimensionless number W is calculated from
(17).) Figure 4(c) shows the charge density distribution plotted vs. the azimuthal angle
6. We see that although charge convection significantly alters the charge distribution,
it does not break the antisymmetry about the equatorial plane. As expected, the
flow field remains antisymmetric, and there is no net drag. The influence of charge
convection on the flow field can be easily observed from the plot of streamlines
(figure 4a) and the normalized velocity field (figure 4b): near the poles there are small
induced vortices. The plot of tangential electric force (figure 4d) shows sign reversals
of the electric force, which drive these small vortices. The magnitudes of the induced
vortices are small compared to the main vortices, which is obvious in figure 4(a, d).

Figure 5 gives corresponding results for a settling spherical drop with the same
physical properties as in figure 4. Figures 5(c) and 5(d) clearly show that the settling
coupled with charge convection breaks the antisymmetry of the charge distribution
and electric force about the equatorial plane, and hence the flow field is as shown in
figure 5(a). There are small vortices induced near the poles in a similar way to before,
but owing to the asymmetry of the stresses, the magnitudes of the induced vortices
at the top and bottom poles are different.
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3.3. Combining the two effects

We have calculated the corrections to the settling velocity due to shape distortion and
charge convection in two separate perturbation methods, which, at the lowest order,
can be combined linearly. In (29) and (34) we express the corrections in dimensionless
parameters. However, when performing experiments for fixed fluid pairs with all
properties fixed, we usually vary drop size a and electric field strength E. Therefore,
we write the results in dimensional form as:

U, =1+ X,aE* + X,E* + hot, (38)
where
Ceso  9BMEP—M48) [, . R(Ll—QR)(2+3M)
= R+ M+ am 1) LT R TR sy ()
2 _ _
X2=_(880) 6R(1 — RQ)(3R — RQ +3) (40)

no S2R+12(BR+2)3M +2)(M + 1)’

are dimensional quantities that depend only on fluid properties.

In (38), both terms are proportional to E? because both corrections are driven by
the electric Maxwell stress which has the E? dependence from (8). The term involving
X, is due to the shape distortion, so it is also proportional to the drop radius «,
whereas that involving X, does not depend on a because it is due to the effect of
charge convection. For most fluid pairs in the experimental work of Torza et al.
(1971) and Vizika & Saville (1992), the coefficients X; and X, have opposite signs,
which indicates the existence of critical drop size determining whether the settling
velocity is greater or less than Up. This critical size is given by:

B 40R(1 — RO)(3R — RQ + 3)(M + 1) ey
T BR+2)BM2—M +8)[5(M + 1)(1 + R? — 2R2Q) + 33M + 2)(R — R2Q)] po~
(41)

By substituting in the fluid parameters given by Torza et al. (1971), we find the typical
value of the critical drop size is small, in the range of 10~ — 10~ m.

As described in § 3.1, X, always has the same sign as a)(zl) . So if Taylor’s deformation
is dominant in the expression for the deformation (equation (36)), then although
charge convection will make a correction, we are still able to tell the sign of X; from
whether the distortion is prolate or oblate.

4. Experiments

We carried out experiments to measure the deformation and settling velocity of
liquid drops. In this section the experimental set-up and procedure are described,
followed by results.

4.1. Apparatus

The experiments are performed in a 12 cm high acrylic cell equipped with two copper
electrodes 12 x 12 cm? and 0.3 cm thick on the top and bottom. The drops were injected
using 100 and 200 pl pipettes. In order to guarantee the drop sizes are identical in a
series of experiments, only one drop is inserted at the beginning, and when the drop
falls near the bottom, the tank is tipped over to begin the next experiment. An electric
field is applied across the electrodes from a Spellman high-voltage power supply
(output range from 0 to 30 KV). The voltage is increased systematically in a series of
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Density Dielectric Conductivity Viscosity

Fluid (kgm™) constant (Sm™) (kgms™)
PMM 1000 2.8 (0.25~1)10712 0.5
Castor oil 957-961 445 107° ~10711* 14

*The conductivity of castor oil is 10 Sm™!, as given by Torza et al. (1971). Vizika & Saville
(1992) give the conductivity ratio of silicone oil to castor oil as approximately 1072, Gelest gives the
conductivity of silicone oil as 10713 Sm~!. From Vizika & Saville’s ratio, we obtain another possible
conductivity of castor oil as 10~ Sm~1.

TaBLE 1. Physical properties of the fluids.

experiments, and at the end, measurements are repeated at zero electric field to verify
the purity of the drop and lack of any surface contamination. Movies of the experi-
ments were recorded using a Canon XL1 CCD camera fitted with a Sigma MACRO
105mm F2.8 EX lens, and drop sizes are determined from the calibrated still images.

We use castor oil from Fisher® as the medium phase and phenylmethylsiloxane-
dimethylsiloxane (PMM) from Gelest as the drop phase. All the physical parameters
of PMM are obtained from Gelest, and the parameters of castor oil are estimated from
the data given by Fisher® and other investigators. Castor oil easily absorbs water, so
its dielectric constant can vary significantly (D. A. Saville, personal communication
2005), and there is no agreed-upon value of its conductivity. Table 1 gives estimates
of all the physical parameters.

We chose this fluid pair mainly because the density difference is large (40 kgm™),
so the settling velocity is large enough to overcome small errors in measurement.
Because the fluids are very viscous and the drop size is small (two drop sizes are
used, 2.8 mm and 3.3 mm), the Reynolds number is of the order of 1073. Therefore,
the Stokes flow assumption is satisfied. We only let the drop move in the middle of
the tank to minimize wall effects. We estimate the error due to sidewalls to be about
8 % (from the results of Keh & Chen 2001), and from the error due to the bottom
wall to be about 5 % (from the results of Wacholder & Weihs 1972).

4.2. Experimental procedure

The CCD camera is focused on the middle 2 cm of the tank. After a drop is inserted,
the power supply is turned on. When the drop falls into view, the digital camcorder is
started in order to record the falling process. The voltage is increased systematically
in a series of experiments. The video images are saved in bitmap format, which
is a discretized matrix representation of the actual image. The deformation can be
determined as:
L —1h

D L (42)
where [, and [, are the lengths of drop axes parallel and perpendicular to the applied
electrical field, respectively. The settling velocity is determined by

mp

Us=—- (43)

Here m is the number of pixels that the drop’s top boundary moves in two frames, p the
pixel size (~ 50 pm), and ¢ the time difference between the two frames. To measure the
symmetric deformation, we need only the lengths of drop axes; the measurement of the
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FIGURE 6. Shape distortion of a 3.3mm PMM drop in castor oil. (¢) E=0KVm™, (b) E=
41.6KVm™, (¢) E=667KVm™, (d) E=91.7KVm™, (¢) E=125KVm™, (f) E=
150KVm~'.
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FIGURE 7. For the 3.3mm drop, (¢) deformation plotted vs. aE?; (b) the asymmetric
deformation plotted vs. E2. The dashed lines are linear fits to the data, and error bars
give the pixel error.

asymmetric deformation is more complicated because it relies on an accurate determ-
ination of the centre of the equivalent undistorted spherical drop. We discretize the
bitmap image horizontally to obtain the boundary of the drop as a function of the axial
position. By smoothing these discretized data into a continuous curve, we can diminish
the influence of pixel noise. The position of the drop axis parallel to the electric field
can be determined as the mean of the left and right boundaries, since the drop remains
axisymmetric. With the position of the axis and the smooth boundary, we calculate the
centre of mass by simple quadratures, giving the coordinate of the centre of the equi-
valent spherical drop. The asymmetric deformation is then computed simply from (37).

4.3. Experimental results and comparison with theory
Deformation

Figure 6 shows images of a 3.3mm drop under several electric field strengths,
and figure 7 plots the deformation measurements for the same drop. In figure 7(a),
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FIGURE 8. Settling velocity measurement for 2.8 ‘0’ and 3.3 “mm drops plotted vs. E2,
(a) dimensional settling velocity measurements, (b) same velocity measurements but normalized
with the Hadamard—Rybczynski velocity. The dashed lines are linear fits to the data at low
fields.

each “ represents one experimental measurement, and the error bars give the pixel
error. At low fields, the deformation is linear in aE?, as expected. The dashed line
is a linear interpolation of data except for those at the highest electric field which
obviously deviate from linearity and the interpolating slope is 1.91 x 10~ m V2.
Figure 7(b) plots the asymmetric deformation vs. E, in which the ‘O’ represent the
average measurements. As expected, the asymmetric deformation is proportional to
E’. The dashed line is a linear interpolation of the average measurements, and the
interpolating slope is 2.3 x 10712 V=2,

Settling velocity

Figure 8(a) shows settling velocity measurements for the 2.8 mm and 3.3 mm drops
represented by ‘O’ and “”, respectively. There is scatter in the data, but it is apparent
that the settling velocity decreases with an increase of electric field strength. For both
drop sizes, the slopes diminish at high fields, which may be due to a combination
of the higher-order terms in the binomial expansions of (29b) and (34b), and the
higher-order effects that the leading-order perturbation theory cannot capture.

We linearly interpolate the data at low fields and get the Hadamard—Rybczynski
velocity Uy from the intersection at E =0. The ratio of these velocities (1.31) compares
well with the square of the radius ratio (1.39). We rescale the settling velocity
measurements by Uy as in figure 8(b), the dashed lines being a linear interpolation
of the data at lower fields.

Comparison with theory

The deformation is always prolate: from the discussion in §3, X; >0, and for
most fluid pairs, X;- X, <0, so we infer that X, <0. From figure 8(a), the settling
velocity decreases with the increasing electric field, so the X, term, i.e. the charge
convection term, is dominant in the corrections (equation (38)). This indicates that
an increase in drop size will decrease the slope, which is seen in figure 8(b). As
already mentioned, the measurements of deformation D and asymmetric deformation
AD are proportional to E? as expected. Therefore, all the experimental results are
in qualitative agreement with the theory; but the deformation calculated for small
charge convection alone cannot explain why the deformation at the highest field is
less deformed than linearity predicts, since the theory predicts that the higher-order
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FIGURE 9. Theoretical fit of data, (a) settling velocity; (b) shape distortion at E=125KVm™!;
(c) deformation D and (d) asymmetric deformation AD with properties ¢ =2.4 x 1072Sm~",
w=14kgms !, y=5x103Nm!, e=8, R=1.55, 0 =0.35, M =0.357.

terms always increase the prolate deformation. Notice that we only calculate the
correction to the deformation due to charge convection; there are also higher-order
terms in shape distortion (Ajayi 1978) and some cross-terms from both of them. So
this discrepancy might also arise from these higher-order terms.

Quantitative comparison between the theory and experiment is made difficult
because of the lack of accurate properties for the fluids. When we evaluate the
theory for the accepted values of parameters in table 1, the theoretical results do not
make a close prediction: the deformation is predicted to be oblate and the settling
velocity is predicted to increase with electric field, which are obviously contrary to
the experimental results.

The quantitative comparison is very sensitive to the dielectric constant and
conductivity of the fluids. Knowing that castor oil easily absorbs water, we assume
the dielectric constant of castor oil can be higher than the reported value. Also PMM
is one kind of thermal silicone fluid, and its conductivity is sensitive to temperature,
i.e. the conductivity at 25°C (table 1) is 100 times less than that at 50°C. Finally,
there is no agreed value for the conductivity of castor oil. A reasonable choice of
parameters in which we vary both the dielectric constant and conductivity of the fluids,
0=24x10"2Sm™!, p=14kgms™!, y=5x 102 Nm™!, e=8, R=1.55, Q=0.35,
M =0.357, gives the fit to the data shown in figure 9. All the symbols in figure 9 have
the same meaning as before, and the solid lines are the theoretical fits. This choice of
parameters can fit the deformation and settling velocity very well. When we include
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the higher-order terms in the power series expansion of settling velocity (equations
(29b) and (34b)), the theory can even fit the experimental measurements at higher
fields. As can be seen from figure 9(b), the shape distortion is asymmetric.

Besides this choice of properties, other combinations of physical parameters can
also fit the data. We note that comparison between the theory and experiment is
very sensitive to both dielectric constant and conductivity. A true comparison would
require independent accurate measurements of the electrical properties, something we
did not undertake for this study. However, from the qualitative comparison, we can
draw the conclusions that:

(1) there is an effect of charge convection on the settling speed, as predicted by
Spertell & Saville (1976);

(i1) the effect of shape distortion on settling speed is more important for larger
drops than for small drops;

(iii) charge convection with settling drops leads to asymmetric distortion.

5. Conclusion

The deformation and settling velocity of a translating leaky dielectric liquid drop
in a uniform electric field are investigated theoretically and experimentally at low
Reynolds number. Perturbation methods are employed for small shape distortion
(small Cag) and small charge convection (small Reg), respectively, and the settling
velocity is calculated by combining the corrections from the two contributions
linearly at the lowest order. The dimensional result for the settling velocity reads,
U,=Uy(1 + X1aE?* + X,E?), where Uy, is the Hadamard-Rybczynski velocity, X; and
X, are dimensional coefficients describing the effects of shape distortion and charge
convection, respectively. For most fluid pairs in the experimental work of Torza
et al. (1971) and Vizika & Saville (1992), the coefficients X; and X, have opposite
sign, which indicates the existence of critical drop size determining whether the settling
velocity is greater or less than Uy. The shape distortion due to charge convection
has been calculated to second order. The expression of the linearized deformation
shows that charge convection will enhance prolate deformation and decrease oblate
deformation, which is consistent with the numerical results of Feng (1999). We also
find X, is of the same sign as the Taylor deformation. So when Taylor’s deformation
is dominant and determines the sign of deformation, we have for prolate deformation
X1 >0, and X; < O for oblate deformation.

Experimental measurements of the deformation and settling velocity of PMM drops
in castor oil medium show qualitative agreement with the theory: the deformation D
and the asymmetric deformation AD are proportional to E?, and the change in the
settling speed is quadratic in E, and shows the correct trends with drop size. We show
it is possible to fit the data with reasonable choices for the physical parameters.

This work was supported by DOE, Office of Basic Energy Sciences, and by the
NASA Microgravity Fluid Mechanics Program. We thank Professor Dudley Saville
for encouraging us to do these experiments and for helpful comments.
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