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By introducing geometry-based phoresis kernels, we establish a direct connection between the
translational and rotational velocities of a phoretic sphere and the distributions of the driving fields or
fluxes. The kernels quantify the local contribution of the field or flux to the particle dynamics. The field
kernels for both passive and active particles share the same functional form, depending on the position-
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phoretic axisymmetric particle influenced by a globally-driven field gradient, a general scenario for
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1. Introduction

Phoresis encompasses a group of phenomena where particles
move under the influence of a gradient in a physical property of
their medium or a field within the fluid."™* Such phenomena
include diffusiophoresis,”® prompted by the concentration
gradient of a solute; electrophoresis,'®™*® resulting from the
spatial variation of electric potential; and thermophoresis,'”
driven by temperature gradients. These phoretic movements
play a vital role in various scientific and industrial processes,
such as particle separation in mixtures, purification, pollution
control, drug delivery system design, surface coatings, and the
rapidly growing fields of microswimmers, active colloids and
microrobotics.>>>°

Designing particles for specific purposes that undergo phor-
esis phenomena under a driving field or controlling their
behavior requires a deep understanding of the particle-field
interactions and the phoresis phenomena. In the linear regime,
the majority of the interactions between particle and the
surrounding field gradient occurs in the interaction layer,
which is a region in the vicinity of the particle surface. In the
regime where the length scale of the interaction layer is much
smaller than the particle size, the effect of the phenomena
inside the interaction layer is usually lumped into a quantity
known as slip velocity. This is the fluid velocity at the outer
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axisymmetric self-phoretic particle and two of its special cases, and a hon-axisymmetric active particle.

surface of the interaction layer. Models then use the slip
velocity as a boundary condition to solve for the fluid flow to
study the velocity of a single particle system™'%!"133073% op
particle-particle®**° and particle-boundary*' interactions.

In this paper, our focus is on the dynamics of an individual
particle in an unbounded domain. The traditional approach to
determining the velocity of a phoretic particle with a given
surface composition involves calculating the driving field and
obtaining the slip velocity over the particle surface, from which
we calculate the translational and rotational velocities of the
particle using the reciprocal theorem.”*> To solve the inverse
problem of finding a surface composition that leads to the
desired dynamics, we typically engage in a series of trial-and-error
designs, supported by intuition and experience, to determine the
surface composition and corresponding slip velocities. From
these, we derive the particle velocities, potentially converging to
a surface composition that achieves the desired dynamics. With
the calculation of slip velocity as an intermediate step, this trial-
and-error process seems inevitable.

Since we typically have more direct control, albeit still not
very precise, over flux than over slip velocity, to overcome this
challenge or at least reduce the complications, we will bypass
the need for calculating slip velocity. Our goal is to establish a
direct connection between the field distribution or its flux
with particle velocity through integral kernels. These kernels
encompass the effects of geometry as well as the surface phoretic
mobility, which is a measure of the interaction of the particle with
the field, irrespective of the field’s distribution. Thus, phoresis
kernels provide deeper insight into how geometry and surface
composition can influence phoresis phenomena. This knowledge
can then be used to design phoretic particles for specific purposes
or to optimize and fine-tune their properties.
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Particles undergoing phoresis are typically categorized into
two classes: passive and active. Passive particles alter the
distribution of the field around them but do not contribute
to the creation of the field. For instance, a silica sphere in the
presence of an external electric field undergoes electrophoresis;
it influences the electric potential around it but does not
create the field gradient that drives the phoresis phenomenon.
Conversely, active particles interact with their environment in a
way that leads to the creation of a local gradient of the driving
field. An example is a platinum-gold bimetallic micro-rod*®
in a hydrogen peroxide solution, which interacts to generate
a self-produced gradient of electric potential, resulting in self-
electrophoresis.** ™

Since active particles move under their self-generated field
gradient, they are also referred to as self-phoretic or auto-
phoretic particles. However, this does not preclude them from
being driven by external fields, similar to passive particles. For
example, a platinum-gold bimetallic micro-rod, while perform-
ing self-electrophoresis due to the local gradient of hydronium
ions, may be subjected to a global concentration gradient of
non-ionic molecules and undergo diffusiophoresis. Therefore,
rather than focusing on the active or passive properties of
the particle, we concentrate on the length scale of the field
gradient.

We describe a phoresis process as globally-driven when the
length scale of the field variation is of system size, much larger
than the particle size. Conversely, we refer to a phoresis process
as locally-driven when the length scale of the field gradient
is on the order of the particle size. Within this framework,
an active particle can be simultaneously locally-driven by its
self-generated field gradient and globally-driven by another
externally imposed field gradient. In general, a particle’s phore-
tic motion may result from the superposition of multiple
phoresis processes driven by distinct fields.

In both locally-driven and globally-driven phoresis pro-
cesses, even though the particle velocity is a vectorial quantity
for the entire particle, the driving field on the particle surface is
distributed and varies locally across the particle surface. To
bridge the dynamics and the field distribution within the
phoresis kernel theory, we quantify the local contribution of
the field to the particle velocity using integral kernels. These
kernels depend on the geometry and surface properties of the
particle and remain independent of the field’s distribution.
Thus, for both active and passive particles, the functional forms
of the field kernels should be identical. However, the flux of the
driving field in locally-driven processes is distributed over the
particle’s surface, whereas, for globally-driven processes, its far-
field value is known. As a result, their respective flux kernels are
different, and the surface integration of the normal component
of the flux, weighted by these kernels, holds distinct interpreta-
tions for locally-driven and globally-driven phoresis phenomena.

In what follows, we begin by formulating the phoresis
of a sphere in the linear regime of a thin interaction layer.
We base our approach on Fair and Anderson’s expressions
for the rotational and translational velocities of a phoretic
sphere, which rely on slip velocity.’® However, we replace the
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integration involving slip velocity with the integration of the field,
weighted by position-dependent field kernels, over the particle
surface. Using expressions for fields over the particle surface for
locally-driven and globally-driven phoresis processes, we derive
the corresponding flux kernels. We then apply this formalism to
study examples including the self-phoresis of axisymmetric parti-
cles with uniform phoretic mobility influenced by a globally-
driven field gradient, the translational velocity of an axisymmetric
self-phoretic swimmer with a distribution of phoretic mobility,
and a non-axisymmetric active particle. The details of the deriva-
tions and calculations are provided in the ESL¥

2. Formulation of the problem
A. Driving field for phoresis

For a sphere situated within a fluid to undergo phoretic
motion, the particle is subjected to at least one driving field
¥ corresponding to a phoresis process. In the limit of a thin
interaction layer, we approximate the outer surface of the
interaction layer, denoted by S*, as a sphere of radius a. For
brevity, we refer to S* as the particle surface henceforth. The
flux of the field is proportional to the gradient of the field,

I =-DV¥ (1)

where the proportionality constant D is a diffusion coefficient
associated with the phoresis process.

The gradient of the field, and thus its flux, drives the
phoresis process. The flux can be imposed globally or generated
locally. Typically, a passive particle is driven by a global
gradient, while an active particle can self-generate a local
gradient even as it undergoes another phoresis process
imposed by a global gradient. In this paper, we focus on
phoresis processes which obey the following surface and far-
field boundary conditions,

i-V¥|g=-D ' TS,
(2)
VY| .= -D'I'™,

where 7 is the unit normal to the particle surface. For the
locally-generated flux FS+, the distribution of the normal com-
ponent of the flux over " may vary. Conversely, the far-field flux
', which pertains to the globally-driven aspect of the phoresis
process, is typically uniform. The boundary condition (2)
includes both local and global gradients of the driving field.
Common special cases include self-phoresis (FS+ # 0) in the
absence of global flux (I'” = 0),>* and globally-driven phor-
esis ('™ # 0) of a passive particle in the absence of surface
flux (I = 0).1°

B. Translational and rotational velocities

The interaction of the particle with the field ¥ near the particle
surface, and the resulting flow within the interaction layer, can
be lumped into a slip velocity,

Uslip = NVSqu (3)

This journal is © The Royal Society of Chemistry 2024
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tangent to the outer surface S of the interaction layer. The
phoretic mobility u depends on the local thermodynamic
conditions of the interface. Using the identity matrix Z, the
expression Vs¥ = (7 — fin) - V¥ is tangent to S*, providing the
surface gradient of the field over the particle surface.

In scenarios where more than one phoresis process occurs,
the slip velocity over the particle surface is the sum of these
phoresis-specific slip velocities,

Vstip = Z Diﬁ; = Z pOvgp@ (4)

where o« sums over different phoresis processes involved and
the validity of this summation stems from the linearity of the
governing equations.

The flow field around a particle moving with translational
velocity U and rotational velocity  in a Newtonian fluid of
viscosity 7 follows the Stokes and continuity equations,

nVu = VP, (5a)

Vu=0, (5b)

respectively, subject to surface (xs € S*) and far-field boundary

conditions,
u(xs) = U+ Q X x5 + vgip, (6a)
u(x > 0)=0. (6b)

The translational and rotational velocities of the phoretic
sphere are given by Fair and Anderson,"°

1" 2n
= HJ J Uslip sin 0d0d¢, (73)
0o
_3 (" 2n
= %J J il X vgip sin 0dOd¢. (7b)
oJo
Similar expressions were presented by Stone and Samuel**

for the propulsion of microorganisms by surface distortions.
The eqn (7) are surface integrations of integrands related to the
slip velocity and, thus, to the surface gradient of the fields. In
the next section, we discuss how we can eliminate the slip
velocity from these equations, thereby relating the velocities U
and Q directly to the driving field ¥ and fluxes r’ and I'”
using phoresis kernels.

C. Phoresis kernel theory

Exploiting the linearity of the governing equations, the stan-
dard practice for obtaining the translational and rotational
velocities for a phoresis process can be summarized in
three steps:

step 111 U
eqn (7) QF

a-rs
l_‘OO

step 1 step 11

(8)

Uslip

eqn (17) eqn (3)

First, we obtain the field ¥ from fluxes AT and T” using
eqn (17); second, calculate the surface gradient of the field, and
obtain the slip velocity (3); and third, use the slip velocity in
integrals (7) to yield the velocities.

This journal is © The Royal Society of Chemistry 2024
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In this paper, our goal is to provide a direct connection
between the field ¥ and the fluxes A and I'” to the
translational U and rotational Q velocities using integral ker-
nels. For this purpose, we need to circumvent the calculation of
slip velocity, specifically step II, in the steps (8). In the next
section, Background, we review earlier efforts to derive geome-
trical kernel in order to connect the surface flux to self-phoretic
velocities for particles with uniform phoretic mobility. Subse-
quently, in the following section, we introduce the concepts of
field-kernels and flux-kernels for spheres for more general
scenarios where the particle can be passive or active and the
phoretic mobility can be non-uniform.

1. Background. Nourhani and Lammert® introduced a
kernel-based integral equation for the translational self-
phoretic velocity of an axisymmetric spheroidal swimmer, ran-
ging from discotics to spheres to rod-like geometries, with
uniform surface phoretic mobility, moving along its symmetry
axis. The integral kernel weighs the local contribution of the
surface flux to the particle’s velocity. They showed that in rod-
like geometries, the flux value near the particle’s equator is
almost zero, making the contribution of surface flux in this
region to the velocity negligible. Therefore, in rod-like geome-
tries, the major contribution of the surface flux to motion
comes from the poles. From a design principle perspective,
we can place the expensive active surface near the poles and a
less expensive passive conductive region near the equator.
As the aspect ratio decreases towards discotic geometries, the
flux over a larger portion of the particle’s surface contributes to
the velocity. Schnitzer and Yariv** obtained an approximate
expression for osmotic self-propulsion of slender particles with
uniform phoretic mobility in terms of weighted integral of the
surface flux. Lammert, Crespi, and Nourhani in a subsequent
publication® extended the flux-based geometrical kernel form-
alism to include translational and rotational velocities for
particles of arbitrary geometry with uniform phoretic mobility.
They recovered the earlier results®** as special cases.

The assumption of uniform phoretic mobility is the zeroth-
order approximation for the surface properties of the swimmer.
However, this approximation may not be suitable for scenarios
where the surface properties of different materials on various
parts of the swimmer’s surface differ significantly, and we need
to address the presence of a non-uniform distribution of
phoretic mobility over the particle surface. The techniques
and theorems introduced in ref. 3 and 4 are suitable for
uniform phoretic mobility. To address the scenario of non-
uniform phoretic mobility in this paper, we introduce two
identities (12) for integration over a sphere’s surface and
employ them to derive a kernel-based formalism for the self-
phoretic translational and rotational velocities of a sphere with
a surface distribution of phoretic mobility.

2. Field and flux kernels for spheres. This paper focuses on
the phoretic dynamics of a single sphere. The extension to
other geometries and the interactions of the particle with other
particles or boundaries will be the scope of future studies. We
are interested in extending the scope of the velocity expressions
in ref. 3 and 4, which are based on local flux I and uniform
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phoretic mobility, to additionally include phoresis by the global
flux I'° and non-uniform phoretic mobility. Moreover, beyond
flux kernels, we will provide field kernels that connect the
velocities to the values of the field over the particle surface S".

For this purpose, using eqn (3) for slip velocity, we first
rewrite the expressions for the translational and rotational
velocities (7) in terms of surface integrals involving the surface
gradients of the field,

-1
U= mjs+dsﬂ(aVS T), (93)
_ ij dSuh x (aVs ) (9b)
- 8na4 S+ K S '

and use them as the basis for obtaining the kernels. For a given
phoresis phenomenon, we define translational K; and rota-
tional [K; field kernels that quantify the local contribution of
the field over the particle surface to the translational and
rotational velocities, respectively. For flux kernels we will have
distinct local flux kernel KZiS} and global flux kernel KC;° for
translational (i = ¢) and rotational (i = r) velocities, using
integrations equivalent to the integrations in eqn (9),

JS+dS,u(aVS'P) = L+dSKth (10a)
_ %L} as (K i T8 4 KT T)), (10b)
L+ dSui x (aVs¥P) = JﬁdS[KrlP (10¢)
_ %Jﬁds(icf*ﬁ T KT, (10d)

Within these definitions, the kernels possess dimensions of
phoretic mobility. As we will see shortly, in cases of non-
uniform phoretic mobility, the kernels are functionals of the
surface distribution of phoretic mobility.

Both locally-driven and globally-driven field gradients, man-
ifested in T° and I'” respectively, as specified in eqn (2),
contribute to the surface distribution of the field ¥(xs) around
the particle. The field kernels K; and [, which deal directly
with the field, are independent of the origin of the field
gradient, whether locally s or globally I'”. The field kernels
for both locally-driven and globally-driven aspects of phoresis
processes are conceptually the same.

On the other hand, in the case of flux kernels, we deal with
two conceptually distinct types of fluxes: one distributed over
the particle surface I’’’ and the other a uniform far-field I'*.
Therefore, the integrations of the normal component of these
fluxes over the particle surface in eqn (10b) and (10d), weighted
by the associated local flux kernels C;  and global flux kernels
KC*, have distinct interpretations, as we elaborate below. The

integration involving local flux kernels KZI.S+ and the normal

component of the locally-driven flux I’ has the same intuitive
interpretation as the integration involving field kernels and the
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field; the local flux kernels Klf+ define the local contribution of
the surface flux I to the particle’s translational and rotational
velocities.

However, in the integrals involving the global flux kernels
KC?°, although the integration is over the particle surface S', the
value of the flux is far-field. Therefore, the term A-I'” in the
integration [, dSIC*A-T> in eqn (10b) and (10d), while
integrated over the particle surface, does not represent the
surface flux of the field over the particle surface. For example,
in the case of globally driven phoresis of an impermeable, non-
polarizable passive particle, the surface flux of the field
~Di - VY|, is zero and different from 7-I'”. To visualize the
scenario and develop an intuition about the integral
J+dSKZi - T, imagine a uniform field gradient with a flux
value T'” throughout the entire space. Then, we place an
imaginary sphere in this field gradient without distorting the
field gradient, and integrate 7i-I'* over the surface of the
imaginary particle weighted by the kernel /C}°. Therefore, while
the flux I'“ is a far-field value, we use the same value for
integration over the surface of the sphere in the velocity
expressions (19) as if the presence of the sphere has not
distorted the uniform distribution of the far-field flux over
the particle surface.

Another interpretation is as follows. Writing the uniform
far-field in the form I'™ = '™ ¢, where é is a unit vector defining
the direction of the global field gradient, the integral
I~ [ dS(KCn) - ¢ is effectively proportional to the weighted
integration of the projection of the direction of the far-field flux
on the normal surface vector, that is, 7i-é. This expression shows
how the particle dynamics result from the coupling of the
direction é of the far-field flux to the surface characteristics
and orientation of the particle, quantified by the second-rank
tensor IC°A.

3. Field kernels

For the field kernels K; and [K;, we combine eqn (9), (10a) and
(10c) and reformulate the velocities in terms of weighted sur-
face integrals of the fields such that

1

U= stvdSWKt[M], (113)
—iJ dSPIK, [y (11b)
- 8nat S+ r I

where the position-dependent field kernels IK;(xs) for i = ¢, r
are functionals of the surface distribution of the phoretic
mobility u(x;).

In case more than one phoresis process was involved similar
to the slip velocity (4) the resulting velocities are the linear sum
of the velocities (11) corresponding to the distinct phoresis
processes. Keeping in mind the functional dependence of the
kernels on phoretic mobility is critical, especially when more
than one phoresis process is involved. For example, consider a
particle that performs self-electrophoresis while also being

This journal is © The Royal Society of Chemistry 2024
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subjected to a global concentration gradient of non-electrolyte
solutes, thus undergoing diffusiophoresis simultaneously.
Each phenomenon has its own field, lselfelee) 3 g wldif) and
phoretic mobility, *¢¢1¢9) and 44 respectively, along with
their corresponding kernels and phoretic velocities. The particle’s
velocities will be the sum of the velocities resulting from each
phoresis process. Fortunately, while the position dependence of
the phoretic mobility for each phoresis process may differ
depending on the distribution of the surface composition of the
sphere, the functional dependence of the kernels is independent
of the phoretic mobility distribution, as will be discussed soon
and shown in eqn (13).

To obtain the field kernels I(xs) and K;(xs) over the
particle surface in the velocity expressions (11), we exploit the
following two identities, the proofs of which are provided in
Appendix A. For a function @(xg) over the surface of a sphere,
we have

dS(2i9),
.

Ldg(avsqﬁ) = J (12a)

N

J dSi x (aVs®) = 0. (12b)
S+

By setting @ = u¥ in the above identities, using u(aVs¥) =
aVs(u'¥) — ¥(aVsu), and comparing the results with the integral
expressions (10a) and (10c), we obtain the translational and
rotational field kernels,

Ki[u] = —aVs p+ 2ap, (13a)

Kr[.u} = —i % (aVS :u) =hx Kl[:u]? (13b)

respectively, as functionals of phoretic mobility distribution.
For a constant field (¥ = cte) over the surface of a particle, the
slip velocity (3) is zero, and we expect no phoretic motion. This
necessitates that the surface integral of the field kernels over
the particle surface be zero,
J dSK; =0, i=1tr. (14)
S+

which can be mathematically demonstrated by setting a con-
stant field ¥(xs) = 1 in the integral expressions (10a) and (10c).

A glance at the field kernels (13) immediately offers some
physical insights. A particle with uniform phoretic mobility, for
which Vsu = 0, has a =zero rotational field kernel,
K [ = cte] = 0, meaning the particle does not rotate. There-
fore, a heterogeneous distribution of the field over a sphere’s
surface does not induce rotation for a sphere if the phoretic
mobility is uniform. Furthermore, in the scenario of uniform
phoretic mobility, the translational field kernel simplifies to a
radial vector field over the sphere surface, I§[u = cte] = 2ui.
Consequently, the calculation of the translational velocity is
reduced to the surface integration of the field, weighted by the
surface normal vector and phoretic mobility.

Therefore, for a spherical particle undergoing a phoresis
processe with uniform phoretic mobility, the particle does not

This journal is © The Royal Society of Chemistry 2024
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(b)

Fig. 1 For uniform phoretic mobility, the translational field kernel and flux
kernels are (a) proportional to the normal A of the surface,

K = 2un, 7cf‘ = un, IC° = —3pi, and (b) for the special case of an axisym-
metric distribution of the field or flux, the A term in kernels can be reduced
to cos 0@, where &, is the symmetry axis. In this scenario, each kernel has a
negligible value around the equator and maximum magnitude at the poles.

rotate, and its velocities are

—u .
=——| dS¥
2na3JS+ "

Q=0

u = constant —

(15)

In an axisymmetric scenario of constant phoretic mobility with
the symmetry axis along é,, the field is independent of the ¢
coordinate. Thus, the translational kernel K, = 2un effectively
reduces to I, = 2ucos0é., as shown in Fig. 1. Here, the field
kernel provides us with another physical insight: in an axisym-
metric scenario with uniform phoretic mobility, the field at the
equator does not contribute to the motion, and the majority of
the contribution comes from the poles.

The field kernels are solely functionals of phoretic mobilities
and are independent of whether the distribution of the field
over the particle surface is due to locally-driven or globally-
driven field gradients. In the next section, we discuss how to
quantify the local effect of geometry to the overall particle
motion through flux kernels and their dependance on the
origin of the flux.

4. Flux kernels

To obtain the flux kernels in terms of field kernels using
eqn (10), we need to use the relationship between the fluxes
IS and I'” in the boundary conditions (2) and the driving field
Y. In the limit of the thin interaction layer, the driving field

Soft Matter, 2024, 20, 6907-6919 | 6911
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3411 and satis-

outside the interaction layer is often harmonic
fies the Laplace equation. Therefore, in what follows, we first
provide the expression for the harmonic field and use it to find

the flux kernels.

A. Harmonic driving field

For our analysis we use the spherical coordinate system, where
the position vector x = (,0,¢) is identified by a radial coordinate
r and two angular coordinates. Utilizing the orthogonality of
spherical harmonics Y, ,,(0,¢), the solution to the Laplace
equation,

V¥ =0, (16)
subject to boundary conditions (2) yields the field,
e ! )
el a (_1 41 ’ g
o oS3 ) i),
o (17)

_p {Hl(zﬂx.rw,
2\r
where we have employed the banana-curly-bracket notation
{-}ts,m for the expansion coefficients in terms of spherical
harmonics. That is, for a function @(0,$) defined over the
surface of a sphere, we have

00 VA
D(0,4) = > Dk, Yem(0, ¢) (18a)
=0 m=—/{
T 2T
@b = | [ #0.0)7;,0.0)sm00009  1sb)

Since the gradient of the fields drives motion, constant terms in
the fields do not contribute to the translational and rotational
velocities, and we have ignored them in the solution (17).

B. Local and global flux kernels

To formulate the velocity expressions in terms of the local flux

kernels C¥" and global flux kernels &C°, we combine eqn (9),
(10b) and (10d) and recast the velocities in the form,

-1
U= m[ﬁds(lcfﬁ T KR T) (199)
- ST%DLds(;cf*ﬁ TS KR T) (19b)

in terms of weighted surface integrals of the normal compo-
nents of the surface flux - and far-field global flux fi-I'™. As
discussed following eqn (10), the integrands in these expres-
sions have distinct interpretations. To obtain the local flux
kernel, we consider a scenario where rs # 0and I'* = 0. For
the global flux kernel, we study a situation where r =0 and
I'” # 0. The combination of these two scenarios leads to the
boundary conditions (2).

In the first scenario, where phoresis is driven solely by a
locally generated field gradient, by plugging the field
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expression (17) over the particle surface,

00 l
a 1 +
MR o8 SR NP S
(x) Dé:O rn:—é€+1 " lm bm

into the kernel-based integral expressions (10) and performing
some rearrangements, we obtain the flux kernels in terms of
the field kernels for translational (i = ¢) and rotational (i = r)
velocities,

(20)

00 4
1
=33 i, Yo (21)

=0 m=—¢
which differs from the spherical harmonic expansion (18) of the
field kernel [K; by the factor 1/(¢ + 1) for each term.

The zero surface integral of the field kernel (14), Y o(6,¢) = 1,
and the definition (18b) yield {K;},,= 0. Additionally, the
orthogonality of the spherical
J4+dSYpm = (4m)~2a*S0,8om. Together with eqn (21), this leads
to a zero surface integral of the flux kernels,

harmonics results in

J dsKS =0, i=1 r. (22)
s+
This confirms that a uniform distribution of activity does not
lead to motility within the regime of our study.

In the second scenario, where the phoresis process is driven
by a global gradient of the field in the absence of surface flux,
rs = 0, the field (17) over the particle surface reduces to

(23)

3a,.

'P(xg) = 755” -
while the uniform flux I'*™” is far-field. By plugging this expres-
sion into the kernel-based integral expressions (10), we obtain
the flux kernel to be proportional to the field kernel for a

uniform global flux,

i = 2,

; > i=tr.

(24)
The zero surface integral of the field kernel (14) and the
linearity of eqn (24) necessitate
J dSKc = 0. (25)
S+
Although the flux ' is uniform over the particle surface,

what we integrate in eqn (19) is its normal component 7-I'™,
which is not uniform over the particle surface.

C. Discussion of the kernels

The field kernels (13) are functionals of phoretic mobility and
are independent of the origin of the field gradient, provided the
slip velocity follows the expression (3) for the involved phoresis
processes. On the other hand, the flux kernels for locally-
generated field gradients (21) and globally-generated field
gradients (24) differ, and the integrated normal fluxes offer
two distinct concepts.

In the uniform phoretic mobility scenario, Vzu = 0, the
rotational flux kernels /C;, which are linearly proportional to
the rotational field kernel K,, are also zero. Therefore, for an

This journal is © The Royal Society of Chemistry 2024
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active particle, heterogeneity in surface activity alone is not
sufficient to induce rotation; heterogeneity in the surface distribu-
tion of phoretic mobility is necessary. Additionally, the transla-
tional flux kernels are proportional to the normal vector 7, thus,

Kif+ = un
u = constant — ¢ IC° = —3un (26)
St
K, =KX=0

Therefore, for each phoresis process, the translational velo-
city is proportional to the surface integral of fluxes weighted by
the unit normal. Similar to the scenario for the axisymmetric
field, as shown in Fig. 1, in the case of axisymmetric normal
flux, the 7 term in kernels (26) can be reduced to cos 6é,, where
é, is the symmetry axis. Again, we learn that in the axisymmetric
scenario with constant phoretic mobility, the majority of the
flux contribution to motion comes from the poles, and the flux
around the equator has a negligible contribution.

In the next section, we study some examples to demonstrate
the utility of the phoresis kernel theory. We start with a simple
axisymmetric problem involving uniform phoretic mobility for
a self-phoretic particle subjected to an additional globally-
driven phoresis process, considering two scenarios: active-
passive and sink-source surface configurations. Afterward, we
tackle the general problem of an axisymmetric self-phoretic
particle with multiple regions of distinct phoretic mobilities
and also address two special cases. Finally, to present an
example for the rotational kernel, we solve an analytically
addressable problem for a non-axisymmetric scenario that
contains both translational and rotational dynamics.

(@)

(b)
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5. Examples with analytical solutions

A. Axisymmetric self-phoretic particle under global field
gradient

In this example, we deal with axisymmetric Janus particles,
each half covered with distinct materials and having uniform
phoretic mobilities. The particles perform self-phoresis while
simultaneously undergoing an additional globally-driven phoresis
process. This latter process involves uniform phoretic mobility
1®™ and is exposed to a globally-generated uniform flux in the é,
direction, that is, I = I'®""¢, with field diffusivity DEP).

The director p of the Janus particle points from one face to
the other, defining the particle’s orientation in space. Posi-
tioned along the symmetry axis, the direction of the director is
arbitrary, yet it determines how we refer to the Janus particle
based on its rear-front composition. For instance, in Fig. 2(a),
the Janus particle is termed active-passive (a.p.), reflecting the
orientation of its director: the normal component of the surface
flux on the passive side is zero, while on the active side, it can
be either negative or positive. Alternatively, in Fig. 2(b), both
sides are active, and the Janus particle is described as sink-
source (i.0.): the surface flux at the sink is negative, and at the
source, it is positive.

The normal component of the surface flux in these two
scenarios are represented by,

rir) 2o, (27a)

i.T@er) — H(@ _ g) rie),

> 0. (27b)

o
N
(S| S
w
3
5

U
U (glb)

Fig. 2 Two self-phoretic Janus models of (a) active—passive (a.p.) and (b) sink—source (i.0.) composition are undergoing globally-driven phoresis by the

far-field flux T'9) The angle y defines the orientation of the Janus director p with respect to I

dashed lines represent negative values.

This journal is © The Royal Society of Chemistry 2024
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where H(0) is the Heaviside step function. As shown in Fig. 2(a),
the angle 0 is the polar angle with respect to the Janus director
p. The globally-generated uniform flux I'™ forms an angle 7
with the Janus director p, such that é,-p = cosy.

For globally-driven phoresis, using the kernel for uniform
phoretic mobility (26), the velocity expression (19a), and the

4
identity [¢,dSan = gnazI , we obtain the phoretic velocity,

(alb) [(glb)
play _ HETEY

(glb)
U : PDlelb) =

- (28)

For self-phoresis phenomena o = a.p., i.0., we define the
ratio of velocity scales as

P

(2) (@) / D)
—gEn (29)

(

0
U(gld
Using the surface flux models (27), the translational velocity

expression (19a), and the kernel for uniform phoretic mobility
(26), we obtain the particle velocity for the two scenarios:

1

U/ U — ¢ 4 7} pUEP)  (active — passive) (30)
PO .
U/U(glb) =3 pUE)  (sink — source) (31)

The particles have uniform phoretic mobilities, and thus
their angular velocities are zero according to eqn (15).

View Article Online

Soft Matter

Therefore, there is no deterministic change in orientation, 7y,
over time, and the globally-driven phoresis modulates the self-
phoretic velocities, as shown in the curve of Fig. 2.

The scenario of an axisymmetric particle with uniform
phoretic mobility does not take advantage of the terms in the
translational and rotational kernels (13) that stem from the
surface gradient of phoretic mobility. In the next two sections,
we will take these terms into account to solve for problems with
non-uniform phoretic mobility.

B. Axisymmetric self-phoretic particle with multiple surface
regions

We start with a general scenario, shown in Fig. 3(a), where the
surface of the sphere is partitioned into k axisymmetric regions
such that the distribution of phoretic mobility over the sphere
surface is described by

,u(l) 0< 0 < 91
0 <0<0,

w(0) = (32)
p 0 <0<O=m

where 0;s defines the boundaries of the regions. The motion is
along the symmetry axis é,, and using eqn (13a) and (21), the

S5n IO 7m 21 31 5rr11rrn-

12 2 12
0
15
N
S 10
)
— 0.5
| 0.0
o 05 <
B 10 i [TY
ST R N
= -1.5f 60° 1 ' ' ! 1,001(”
o bl
) [P hoe 135°
-2.0F 90° 1050 120° 77
0 £ Z I I 5p & [m2n 3m Snmlim gp
22 6 4 3 12 2 12 3 4 6 12
(e) 0

Fig. 3

4 6

0.3 01 = 300
U(unif)
0.2f
A
U
0.1}
0.0f
-0te .
0 L I I I bn X Inm 2m 3; bmiim g
12 6 4 3 12 2 12 3 4 6 1

(f) 0

(a) General axisymmetric scenario of a self-phoretic particle with multiple distinct regions. (b) The 6-dependent function G(0 — 6;) locally

quantifying the disparity of the phoretic mobilities in the flux kernel (33b). (c) Self-phoretic particle with two active surfaces. (d) A source-sink self-
phoretic particle with a passive region in the middle, and (e) the corresponding dimensionless component of the flux kernel due to the difference in the
phoretic mobility of passive and active regions. (f) Dimensionless velocities for the model swimmer presented in Fig. 3(d).
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corresponding field and flux kernels are

k-1
e. K, = 2,u(1)0039+ Z {H(‘/H) _ H(./)]G(g; 9/)’ (33a)
j=1
) k=1 .
é. -1 =W ecos 0 + Z [,u(«/“) _ M(«/)}Q(O; 0;), (33b)
=1
respectively, where the dimensionless functions are
G(0;0;) =sin (0 — 0;) +2cos OH (0 — 0;), (34a)
G(0;0,) = i 2 [Y20(0;,0) sin” 0;
9 — £+ 1 (| )
(34b)

—+ J YLU(@, 0) sin 29(110} ngo(e, 0),
0;

and the Dirac delta function §(0 — 0,) is the derivative of the
Heaviside function H(0 — 0,).

Fig. 3(b) shows the plot of G(6; ;) for different values of 0;.
The function shows a peak at the boundary 0 = 0,. Therefore, we
can expect k — 1 peaks in the flux kernel (33b) at the boundaries
of the regions, and the strength of the peaks depends on the
differences in phoretic mobilities of the neighboring regions
forming the boundaries.

To demonstrate the utility of the formalism, we revisit a
model Janus particle presented by Golestanian et al®' and
shown in Fig. 3(c). The model is fairly general and is not
limited to a source-sink scenario. For example, both sides
can be sources consisting of distinct materials with different
surface fluxes, thus leading to an asymmetry condition. The
distribution of surface flux and phoretic mobility over the
surface is given by

[ 0] 0<o<>
J— 2
[T = (35)

[F(2)7u(2)] <h<m

o a

The corresponding flux kernel (33b) along the symmetry axis
direction for this problem takes the form

é. -Klls+ =1 cos 0 + [,u(z) - y“ﬂQ(@;E).

7 (36)

Using the expression (19a) for translational velocity and

[dS cos 0 - TS" =2 deQ(@;%)ﬁ TS = [T -] we
reobtain eqn (9) in ref. 31,
U— %[u“) n u‘z)] {]"(1) _ r(z)}éz_ (37)

An important outcome of this equation is that in a scenario
where uV = —4®, despite asymmetry in the structure and
composition resulting in distinct surface fluxes, the active
particle does not move.

In another scenario, shown in Fig. 3(d), we address a source-
sink problem with a conductive passive region in the middle.
This configuration could represent a classic platinum-gold pair
with a chemically passive region in the middle that supports

This journal is © The Royal Society of Chemistry 2024
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the electrochemical electron current from source to sink.
Therefore, in the phoretic mobility model (32), we can approx-
imate the source and sink to have the same phoretic mobility,
1@ = 1 = 4B which is distinct from the phoretic mobility of
the passive part in the middle, u? = u®. Consequently, the
translational flux kernel (33b) reduces to

61 = 1 cos 0+ [u — w][G(0:01) — G(0:02).  (38)

The source-sink surface flux model, satisfying the steady-
state condition [dSi - s =0, is

Iy 0<6<6

ﬁ.rS‘: 0 91<9§92 (39)

1 —cos 6,

- Ty 0 0<
1+005020 2<U=T

Using the flux-based velocity expression (19a) for this scenario
gives the translational velocity along the symmetry axis,

é.-U u({’) A
= Ui 1 40
Uy 0 ¥ (M") v (40)
where the dimensionless terms are
Uluniry = (2 + cos 0 — cos 0) sinz% (41a)
4 o
0 = ‘ d0'5in 0G(0; 01) — G(6; 02)
w0 (41b)
1 —cosf (" .
~ mj%de sin 0[G(0; 0,) — G(0: 6,)].
The reference velocity scale in eqn (40),
—p@
Utrer) = WF 0, (42)

used for non-dimensionalization, corresponds to a scenario
where the particle is half-coated by source and sink surfaces
with no passive surface in the middle, that is, 0; = 0, = m/2.

As an example, for a source region identified by the angle
601 = 30°, Fig. 3(e) shows the dependence of G(6;6,) — G(6;6,) in
the flux kernel (38) for different sizes of the sink region,
identified by 6,. The curves show two peaks at the boundaries,
0, and 0,, of the regions. Fig. 3(f) shows the corresponding
dimensionless velocities (41), both of which increase mono-
tonically with an increase in 0,.

C. Non-axisymmetric self-phoretic particle

In this section, we discuss the scenario of a non-axisymmetric
self-phoretic particle shown in Fig. 4(a). A passive particle with
surface phoretic mobility u%) is covered by two active surfaces,
each with approximately the same phoretic mobility 1.
Within the spherical coordinate system, the polar angle with
respect to the z-axis is denoted by 6, and as shown in Fig. 4(b),
the angle 0, defines the active cap region. Half of the cap (ie.,
y > 0) acts as the source with surface flux I'y > 0, and the other
half serves as the sink with surface flux —I'y. The surface flux I

Soft Matter, 2024, 20, 6907-6919 | 6915
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Fig. 4 Non-axisymmetric self-phoretic particle with rotational and translational dynamics. (a) The microswimmer is a passive particle covered by an active cap
consisting of source and sink regions of equal area. (b) The size of the cap is quantiﬁed by 0. (c) Top view. (d) The dimensionless function @L(0:0) in the

translational flux kernel (48) shows a peak at 6 = 0. (e) The dimensionless functi

on U in the translational velocity expression (49) determines the contribution of

the difference in phoretic mobilities to motion. (f) The scaled velocity &,-U/U.y for difference ratios of phoretic mobilities. (g) The 0-dependent function or

A
(0;00) of the rotational flux-kernel (52b) shows peak at 6 = 6. (h) The dimensionless function Q(6,) shows the behavior of the magnitude of the angular velocity.

is symmetric about the yz plane, but antisymmetric about the
xz plane.
Thus, the position-dependent phoretic mobility p(0) is

WO = W+ P — W0 — 09, (a3)

and the normal component of the flux #-T* over the surface of
the sphere is given by

AT (0,0) = [1 — HO — 0,)][1 — 2H($p — 0)]lo. (44)

We aim to obtain the translational U and rotational Q velocities
of the self-phoretic particle.

1. Translational velocity. We start with the translational velocity,
U. As shown in Fig. 4(b), the yz-plane is the symmetry plane, and
thus the particle has no preference to move in the é, or —é, direction.
Therefore, there is no translation along the x direction, and

é-U=0. (45)

6916 | Soft Matter, 2024, 20, 6907-6919

To show that there is no motion in the z direction, we first write
the translational field kernel (13a) for our problem. Since é. - I§; =
sin @0pu + 2ucos 6 has no ¢-dependence, the expansion coeffi-
cients {é. - I}, for the flux kernel (21) are non-zero only when

m = 0. Therefore, the z-component of the flux kernel, é. - Klf+, has
no ¢-dependence. On the other hand, féndqﬁﬁ -TS" = 0. Hence,

dsé. - K5 a-T5" =0,
S+

6 U [ (46)

Hence, the particle only moves along the y-direction, and
using eqn (13a) the field kernel is given by

é, - I§ =sin qS{u(”) (2sin 0) + [u(p> — ,u(‘”} @fj} (47a)

OF(6;0,) = 2H(O — 6,,)sin® — cos (6 — 6,) (47b)

The dependence of the field kernel (47a) on sin ¢ necessi-
tates that the flux kernel coefficients {é, - I}, ~can be non-

This journal is © The Royal Society of Chemistry 2024
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zero only when m = +1. Thus, using the expression (21) for the
flux kernel of self-phoresis and plugging in the field kernel (47),
we obtain the y-component of the flux kernel,

é, - Klf+ = sin d){y(") sin 0 + [,u ) — } T, (90)} (48a)

o0

Z

@r 0: 0o) { J Ye1(#,0)(sin 0')>d¢
0

(48Db)

— sin 0y cos 0y Yy, (00,0) } Y11 (0,0).

The 0-dependent part Of of the translational flux kernel deter-
mines the significance of the difference between the phoretic
mobilities of active and passive surfaces and is plotted for different
values of 6, in Fig. 4(d). The function @} has a peak at 6 = 6,

As reference speed, similar to the axisymmetric scenario, we
use that for 0, =1
by two active surfaces), namely eqn (42). By plugging the flux
kernel (48) and the model surface flux (44) into the velocity
expression (19a), we obtain the scaled translational velocity
along the y direction, similar to eqn (40),

(a swimmer fully and symmetrically covered

é}. U (H(ﬂ) ) 4
——=Upnin + |— -1 U, 49
U(ref) (i) .u(a) ( )
with the dimensionless functions
90 sin 290
U unif) — —_ — 5 50
(unif) ="~ (50a)
A 2 r
U= EJ dfsin 06 (0;06,). (50b)
0

The function ZA], plotted in Fig. 4(e), quantifies the effect of the
disparity in phoretic mobilities between passive and active
surfaces on the translational velocity.

We can see that the function U must go to zero at 0, = © by
definition of Ugep), and at 0, = 0 because ,u(p) is meaningless

there, so that the prefactor of [Aj is effectively arbitrary. Apart
48.33°, such that the
function is negative for smaller, and positive for larger values of
0o. Interestingly, at 0, = 05, the velocity is independent of u(P),
even though the passive area is larger than the active area.

Fig. 4(f) shows the scaled velocity (49) of the microswimmer
for different ratios of the phoretic mobility of the passive
surface to that of the active surface. All curves intersect at the
same point at the critical 05, where é,-U/Urery & 0.11. Further-
more, for some ratios of ,u(p)/,u(“), we observe maximum values
for the scaled velocity at 05" < w, suggesting that a particle
with smaller active surface coverage can move faster than a
particle with a fully covered active surface.

2. Rotational velocity. The analysis of the microswimmer’s
rotational dynamics requires less calculations compared to transla-
tional velocity. The constant term in the expression (43) for phoretic
mobility does not contribute to the rotation of a phoretic sphere. As
a result, the rotational velocity is essentially proportional to the

from that, there is a critical value 05 ~

difference in phoretic mobility between the passive and active
surfaces. The following symmetry considerations indicate that the

This journal is © The Royal Society of Chemistry 2024
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angular velocity is purely along é,. Reflecting the particle about the
antisymmetric xz plane effectively swaps the source and sink
regions, leading to the transformation I'y — —I',. This transforma-
tion, along with eqn (19b), results in the inversion of the z
component of the angular velocity, é,,Q — —é,-Q. However, this
reflection is equivalent to rotating the sphere around é, by an angle
of m, which does not change the sign of é,-Q; consequently, é,-Q
must be zero. Furthermore, reflecting the particle about the sym-
metry yz plane preserves the direction of é,-Q, while it should reverse
its direction. This requires é,- to be zero as well.

Using the general expression (13b) for the rotational field
kernel and the example phoretic mobility (43), we can derive
the rotational field kernel [K;. Subsequently, using the general
expression for self-phoresis flux-kernel (21), we obtain the

rotational flux kernel ICrS+ as follows

I = =& [1?) = 1] 6(0 - 00), (51a)

(51b)

15 =~y [ — w01 (000).
Expanding the 0-dependence in terms of spherical harmo-

nics with zero azimuthal angle (¢ = 0),

(5(0 — 60) = 2TE Z Y/ﬂ] (007 0) YK’] (6, 0),
(=1

(52a)

(52b)

sin 6,
(0 00 —2TEZY/100, )Ym(O 0){ 0:|

Il

shows that the differentiation between the field kernel and the
flux kernel lies in the expansion coefficient within the square
brackets for each /. The dimensionless function OF(0;0,),
plotted in Fig. 4(g) for different values of 0,, shows a peak at 0.

Since a fully covered particle (half source/half sink) does not
rotate, defining the characteristic angular velocity scale is not
as straightforward as in the case of translational motion. We
define the angular velocity scale as

(53)

representing the angular velocity of a sphere moving at a linear
speed Ugep), defined in eqn (42), along a circular trajectory of
radius a. Thus, using the flux kernel (52b), the surface flux
model (44), and the angular velocity expression (19b), we derive
the scaled angular velocity as

Q(ref) = U(ref)/a;

Q () ) 4
=e, — 1) Q(0o), 54
Q(ref) ~ (ﬂ<a> ( 0) ( )
where the dimensionless function
A 3 (0o
Q(00) = EJ dfsin 9@{(0; o) (55)
0

is illustrated in Fig. 4(h) and is non-negative. Hence, the direction
of rotation is primarily determined by the ratio of phoretic
mobilities. As expected, the angular velocities are zero at the poles
(0o = 0, no active surface) and (0, =, full active surface) due to the
lack of chiral asymmetry in the structure. The maximum angular
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velocity occurs at a coverage of 0, = 103.32°, where the active area
exceeds half the surface area of the sphere.

6. Conclusion

The kernel-based approach discussed in this work provides an
analytical framework that simplifies the analysis of phoresis
phenomena by breaking it down into elementary problems. This
allows for individual solutions that can be compounded to
address the main problem. Integral kernels enhance understand-
ing of the impact of geometry and phoretic mobility variations on
translational and rotational velocities. This necessitates a funda-
mental understanding of material composition and surface prop-
erties, especially when phoretic mobility is non-uniform across
the particle surface. The connection between the driving field, its
flux distribution, and particle velocities is established through
integral kernels. These kernels quantify local contributions of the
field or flux to velocities, amalgamating the effects of geometry
and surface composition into a position-dependent weight func-
tion for integration. This framework offers insights into phoretic
particle behavior and the fine-tuning of their properties based on
geometrical considerations. Our formalism for studying the phor-
esis of particles, compliant with the boundary condition (2), paves
the way for future studies on non-spherical particles.
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Appendix

Appendix A: Proofs of identities

We establish the validity of identities (12). Given the geometric
isotropy of a sphere, which lacks a preferred direction, we can

demonstrate each identity along any arbitrarily chosen fixed
direction, such as é,. Consider the expression:

b (V) = & (T — i) (a¥0) = —sind (A1)
we have
27 T
é. - J dS(aVs®) = azj d(bJ (- sinze)a—(pdG
. S+ 0 0 86
27 ) 0
— | ag[(=sinoya]]
0 (A2)

271 T
fa2J d¢>J (—2sin 0 cos 0)Pdo
0 0

A
=e,-

J 2hddS
S+
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where the first step utilizes integration by parts. In the last step,
we apply dS = a®sin 0d0d¢ and é,-7 = cos 0. As é, is an arbitrary
constant unit vector, it can be eliminated from both sides, thus
proving identity (12a).

The proof of the second identity is more straightforward.
Given that é,-é;, = 0 and é,-é) = —sin 0, we find:

oo

ej dSi x (aVs) :J 4522 . e,)
S+ S+ 80
.1 00
+L+dS(fe;~eo)m% (A3)
o
—| as& —o,
Js+ ¢

where in the last step we used the periodic property ®(6,0) =
®(0,2m).
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This supplementary information provides detailed calculations for the problems presented in the
main manuscript. It is intended for pedagogical purposes, primarily aimed at junior researchers,
and thus includes a high level of detail that may be superfluous for more advanced researchers. The
derivations are crafted with this educational intent in mind, although alternative approaches could
yield shorter and more concise derivations.

1. HARMONIC DRIVING FIELD

For a sphere immersed in a fluid to exhibit phoretic motion, it may be exposed to a gradient of a
harmonic driving field ¥. In the limit of a thin interaction layer, outside the interaction layer, this
field obeys the Laplace equation,

V20 =0, (1)
and is subjected to specific surface and far-field boundary conditions:

f-VU|g = —n-T5" D, 8,V|g+ = —n-T5" D,

or equivalently,

VV¥|o, =-T°/D=-T>e,/D, 0, V|oo = T cos0/D = —r~1T'>* - x/D,

(2)
where S* represents the outer surface of the interaction layer (rg+ ~ a), D is the diffusion coefficient
associated with the phoretic process, and the relationship é, - €&, = cosf is used in the spherical
coordinate system x =ré, = (r,0,¢).

For convenience, we divide the driving field ¥ = &) + ¥(®) into the harmonic field ¥(P), which
accounts for the phoresis of a non-polarizable passive particle with the same geometry solely due to
the far-field flux '™, and the harmonic field ¥(*), which accounts for the self-phoresis of an active
particle of the same geometry solely due to the surface flux I'® ", The boundary conditions for these
two scenarios are

{ (9T\I/(p)|s+ =0, { 3T\If(“)|s+ = _ffL.Fs+/,D7

(3)
0, 0P| = T cosf/D = —r~ T -x/D, 0,0, =0,

The general solution to the harmonic driving field ¥(®) expressed in terms of spherical harmonics

* lamir.nourhani@gmail.com
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Yo (0,9), is

VO AR > Y AR Yy ¥ B DY, (4)
=1 —-4<m<dl =0 —¢<m<l

with the radial derivative,

a\p(a)

z (ALY, eSS (04 1)) B9y, (5)

—l<msl =0 —4<m</

We set A(()g) =0, or in other words, we are interested in the disturbance field. We will first obtain
the solution for the passive phoresis U(”) and then for the active self-phoresis ¥(*) and add them
up to obtain the harmonic driving field ¥ = U() + g(a),

For the passive phoresis field, using Y19 o« cos€ and applying the far-field boundary condition
yields A Ym = -I"* cos /D, Agfjl) = Agﬂ)l =0, and Agﬁ =0 for £ > 2. Then, applying the surface
flux condltlon for the passive non-polarizable particle

Oy \Il(p)|r a=0=-T%cosf/D + Z Z —(0+1)] B(P) -(2)y, (6)
=0 —l<m<¥

yields B{%) = B") = BP| =0 and B{?) = 0 for £ > 2. The equation ~I'* cos /D - 24> B Y1y = 0

leads to Big)Ym = —%a?’F‘” cos@/D. Thus, using é, - x = r cos we obtain
v () = Ag’é)Ymr + B;g)r 2Y10
=-T"*rcosf/D - —F‘X’ cosf/D
2r2

a3
- I¢,.2/D- 2 T, x/D
273

=-T CC/D_% m/D
3
:—D-1[1+1(“) ]1‘°°-m (7)
2\r

Before proceeding with the active phoresis field, we define the banana-bracket notation {-}},,, for
the expansion coefficients in terms of spherical harmonics. That is, for a function ®(6,¢) defined
over the surface of a sphere, we have

4

8(0,0)=% 3 (@] p Yo (0,0) (a)

=0 m=-{

™ 2m
1900, = [ [ 9(0.6)¥7,,(6.0)sin0 o do (8b)

Now, for the active phoresis field, the far-field zero radial gradient condition 8T\I/(a)|oo = 0 neces-



sitates A(a) 0. The surface flux condition yields

arqf<a>|s+:éz PN 1B{a DY, = - T5" /D = - ; Z D a1, Yim (9)
0t < 0Om=

where, in the last step, we have expanded the surface flux n - IT'¥ " in terms of spherical harmonics.
Exploiting the orthogonality of the spherical harmonics leads to Béfg =a*?(t+1)'D7! {Iﬁ . I‘SJr[}

m
and we obtain the active self-phoresis field,
oo £+1
(@ (z) = D! a 2) Ao TS
(@ (z) =D ; €+1(r Yim {f2-T |}€ (10)

—L<m<t

Finally, we obtain the disturbance field by superposing the fields due to passive phoresis and
active self-phoresis ,

U(z) = 0D (z) + 0P (2) = D" ;éil(a)mn,mﬂﬁ-r“ﬂm—p-l[1+;(j)g]x-r“” (11)

—£<m<e

which is Eq (17) in the main manuscript.

2. AXISYMMETRIC SELF-PHORETIC PARTICLE WITH MULTIPLE SURFACE
REGIONS

For the general axisymmetric scenario with k& axisymmetric regions, the distribution of phoretic
mobility over the sphere surface is described by

M(l) 0S9<01

0, <0<0,

u(0) = (12)

p) 01 <0<, =7

where 6;’s define the boundaries of the regions. We can rewrite the expression using the Heaviside
step function:

0 6<0

1
1 6>6¢ (13)

H(H-0) = {
1(0) = pM[1=H(0-01)]+p P [H(0-01) - H(O—02) ]+ +pF D [H(0-0)_2) - H(O—0p,_1) ]|+ n O H(0 -0y, _1)

= D+ [p® = g OTH (0 = 61) + (1P = pPVHO - 02) + -+ [p® = pEDTH (6 - 0, 1)

k-1 . .
=+ 3 [ - pOTH(6 - 6;) (14)
j=1
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In the last term of the first line, we have omitted —p*) H(#—6},) to include 6, = 7 in the calculations.
Additionally, this term is non-zero in the domain 6 > 6, = w, which does not enter the calculations.

The motion is along the symmetry axis e,. Using e, - ey = —sinf, we have aé, - Vg = —sin60y.
Combining this expression with &, -n =¢€,-&, =cosf and dgH(6-0") = 6(0 - 6"), where §(0) is the
Dirac delta function, the translational field kernel is given by

e, Ky=-ae, Vsu+2e, nu

=sinf dgp + 214 cos b

k-1 ) ) k-1 )
=sinf )’ [ = U D16(0 - 6,_1) + 2™ cos 6 + 2 cos b > (19 - U D1H(O-6;1)
j=1

j=1
k-1 ) )
=2uM cos @+ > [ — D [sin05(0 — 0;-1) + 2 cos OH (6 - 6;-1)] (15)
j=1

Defining the dimensionless function
G(0;0;) =sinB5(0 —0;) +2cosOH (6 - 6;), (16)

which is Eq. (34a) in the main manuscript, we can write the field kernel for translational velocity
along the symmetry axis in the form

k-1 . )
e, Ke=2uWcosh+ > [p9 - u0"D1G(6;6;) (17)
j=1

which is Eq. (33a) in the main manuscript.

To obtain the flux kernel for motion along the symmetry axis,

R + = 1 .
e I =2 % 1 {&: - Kelt g Yem, (18)
£=0 —4<m<l

we need to obtain {é. -K[},,,, and thus, {cosf[,,, and {G(0;0;)[,, . Using cos® = AY1o(0,d),
where A =2,/7/3, we have

T 27
feos@],, = / f AY10Y,,, (0, 6) sin0df dd = Ady16pm.0, (19)
0 0 ’

leading to the first term of the flux kernel ,

ad 1 el 1 1
gy P costll, Yo =200 3 7 AS G0 Ve = 2D AV 0 = uV cos . (20)
—L<m<e —L<m<e

Next, we calculate {G(0;6;)[},,,. Using

Yo (0,0) = Yem(0,0)e™?, Y, (0,6) = Y (0,0) e, (21)



for the first term in Eq. , we have

{sin05(0 - 6,)[},,, = fow fozw sin06(60 - 6,) Y,',,, (0, ¢) sin 6 d6 dop
s 27 ‘
= [ [ sin08(0-6,) Yen(0.0) e sin0 g do
= /(;%r e~ do foﬂ sin®06(0 - 6;) Yo.m(6,0) do

= 27757n,0 Sin2 ej Y@Jn(oj; O)
=27 SiIl2 9j ngo(ﬁj,()) 5m,0 (22)

For the second term in Eq. (16]), we have

i 2m
2cos0H (0 -0;)]}, = f f 2cos OH (6 - 6;) Y, (6,6)sin6 df do
0 0 ’
T 27 .
= / / 208 0H (0~ 0;) Yo.m(0,0) ™™ sin 0 d6 d¢
0 0

27 . T
:f e*ZM¢d¢f H(0 - 0;) Yyn(60,0) [2cos O sin 0] db
0 0
= 2760 / H(0 - 6;) Yom(6,0)sin 20 d6

0

= 2760 fe Ye0(6,0) sin20 d6 (23)

J

Combinig Eqns. and yields
6(0:0)1} 4., = 16(6:05)l} 9 m.0, (24)
where

16(6:0,)] .0 = 2 sin®6; Yi.0(6;,0) + 27 fa Yi.0(6,0)sin 26 df. (25)

J

Therefore, we define
60:0)-3 %ﬂew;ej)umn,m(e,as)
-3 ;m 60,0 D 0¥ium (6,6)
680 Yio(8,0)
| Yeo(8,0) sin? 9J-+/07r Yi0(6,0)sin20d6 | Y2.0(6,0), (26)

J

which is Eq. (34b) in the main manuscript. In the last two lines Y; ¢(6,0) = Yy 0(0, ¢) is written to



express that the axisymmetric scenario is independent of ¢. The flux kernel become

e, 17 = M cosh + z_: (YD - 1u1G(0;0;), (27)
i1

which is Eq. (33b) in the main manuscript.

3. AXISYMMETRIC JANUS SWIMMER

The distribution of surface flux and phoretic mobility over the surface of the Janus swimmer is
given by

[F(l)”u(l)]

0 us
: (28)
T®,u®] f<o<n

[ﬁ ’ FSJr ) /~L] B {
The corresponding flux kernel along the symmetry axis for this problem takes the form
é, - Kf+ = 1M cosh + [u(g) - u(l)] G(6;%). (29)
To calculate the translational velocity, we start with the first term
+ /2 ™
fscoseﬁ-l"s ds = 27Ta21"(1)f cosfsin 6 df +27ra21"(2)f/ cos @ sinf db
0 w/[2
21y L (1 a2 (1
=2ma“T" x| = |+ 2ma" T x [ —
2 2
=7a® [T -T73)] (30)

For the second term, we can write

G(6;5) =2 Gu(5)Ye0(6,0), (31)
=0
where
2 ™
Gu(r/2) = i [Y[,O(g,o) N [,/2 Yi.0(6,0)sin20 d&] . (32)

Therefore, the surface integration of flux weighted by G(0; 7 ) is
/Sg(e;g)ﬁ-rs*dsz Zgg(g)fsn,o(e,om.rs*ds
£=0
= 2ra? Y [r“)gg(g)f2 Ye.0(6,0)sin6.d6 + r<2>gg(g)ﬁ Ye0(6,0)sin 6 d6
0 ™
2

£=0
1 -1y 1
= 27a’T M) x (Z) 2ma’T? x (Z) = imﬁ [T® -] (33)



¢ ol 1 | 2| 3 |4 5 6 7 8| 9 10
Go(/2) 0| T |-z o |¥T| o |-3Bx] g SEE —355‘{?
S Yeo(0.0)singde| 1| Y3 | o |V o | YT g | LB g | OO
[ Yeo(6,0)sin6dp | A= | | o | VI g | VI g | B TV

TABLE I. Terms for the integral involving second term of the flux kernel

where Table [[| shows that only ¢ =1 contributes. Therefore,

. -1 R St oA St
ez'Usz+dS€Z‘Kt n-T

-1
= 47ra2D dS {u(l) cos O + [,u(z) - u(l)] G(; 1)}7% e

o s L0 o) s’
47ra2D f dS cosfi - T *m[“ ] [ asg:5)n

-1 T
- 1) O _1r®@ 2 _ 1 2 _ 2
1 a2 uma [F -T ] Tl [,u I ] 2(1 [F r ]

[Fu) @] {u“) L1 [ —u“)]}

4D 2

- 87) [pu) ST [® 4+ )] (34)

which is equivalent to Eq. (37) in the main manuscript.

4. A SOURCE-SINK PROBLEM WITH A CONDUCTIVE PASSIVE REGION IN THE
MIDDLE

The microswimmer consists of three regions with phoretic mobility and flux distributions,

p®=p@ 0<h<0, r=r, 0<h<6,
(@) ={ @ =py® 9,<0<0,, AT ={T@=0 6, <0<y, (35
p® = ple) g, <h<r G = f(Tg,601,05) 6<0<m

respectively. The relation I'® = f (Tp,01,02) is obtained via the steady-state condition for the
source-sink scenario,

0=fsd5ﬁ.rs*:2m2f AT singdo
0

(4 T
= 27Ta2F0f ' sin 6 df + QWaZF(g)fe sin 6 df
0 2

= 27a*Ty(1 - cos b ) + 2T (1 + cos B,) (36)



which leads to

r® - _Losﬂl T

. 37
1+ cos by 0 (37)
Hence, the translational flux kernel reduces to
e K7 = p® cost + [n® - M]G0 01) + [1®) - D] G(8:62)
=i cos 0+ [u® - p]G(0;01) + [ - ]G (0:62)
= {9 cos b+ [P = p{D[G(0;61) - G(6;62)] (38)

which is Eq. (38) in the main manuscript.

If there was no passive region in the middle and the surface areas of the source and sink were
equal, that is, 6 = 62 = 5, we would have a Janus sphere, and we consider the microswimmer speed
corresponding to this scenario as the reference velocity scale,

-1 . St A S+
U(ref) = mﬁdsez'Kt n-IT
-1 2 ™
= oD (2ra’u(®) [Fo f cos@sinfdf + (-T') /;/2 cos fsin Gdﬂ]
)
i
S (39)

which is Eq. (42) in the main manuscript.

Now, for the three-region microswimmer, we start with the uniform phoretic mobility term in
the flux kernel ,

-1 . —27a? (a)F 0 1- T
[SdSu(a)COSGﬁ-I‘S :m”o[f lcososinodo—ﬂf cosasmoda]
0

4ma?D 4ma?D 1+ cosfy Jo,
1 1-cosb; [ 1
o 2 L)
(f)[251n ! 1+ cos by 251n 2
0
= Utref) (2 + cos 1 — cos 0) sin® 51 (40)

For the term with phoretic mobility difference we have

_1 ) .
s [LASTHP - u[G(0:01) - 6(6:6) ] T
-27a’T o,
:%[M(m_u(a)]fo [G(0:6,) - G(0;605)]sinb db

1 -cos 91 —27T(12F0 (p) (a) ™ . . .
g g 1 =) [ 71G(8:00) ~G(0:62)] sin0 o (41)



Using the expression for the reference speed we obtain

_1 ) .
5 [, 481 ~u[G(6:0:) - G(0:0) 17T

(») 01
) (Z(a) ‘1) U(ref)fo [G(6:61) - G(0;62)]sin 0 db

_ (p) ™
1-cosb (u 1)U(ref)fa [G(0;61) - G(0;02)]sin6df

" 1+cosfy (@) -
() 61 1- 3 T
[ 2 1) Uy f [G(0:01) — G(0: 02)] sin 0 d) — L=<501 f [G(0:6,) - G(0:05)] sin 0 df
(@) 0 1+ cosfy Jo,
(42)
Therefore, defining the dimensionless velocities,
.o b1
Utunif) = (2 + cos 01 — cos 02 ) sin ) (43a)
A 01 ) 1-cosb; ™ .
U= f dfsin0[G(0;01) - G(6;02)] - ————— dfsin0[G(0;601) - G(6;62)], (43b)
0 1+ cosby Jo,

which are Eq. (41a) and Eq. (41b) in the main manuscript, respectively, the translational velocity
along the symmetry axis becomes

e, U uP) A
= Uluni —-1]|U, 44
U(ref) (unif) + (M(a) ) ( )

which is Eq. (40) in the main manuscript.

5. NON-AXISYMMETRIC SELF-PHORETIC PARTICLE
In this scenario, the position-dependent phoretic mobility p(8) is given by
p(0) = ' + @ = (D] H(O - 0o), (45)
and the normal component of the flux 7o - T'® " over the surface of the sphere is given by
7T (0,) = [1- H(0-6)][1-2H (¢ - )] L. (46)

We aim to obtain the translational U and rotational € velocities of the self-phoretic particle.

A. Translational Velocity

The particle’s translational velocity is along the y-axis, with the field kernel

ey -Ki=-aé, Vsu+2é, np=—e&, €90gu+2€,- e =sind(—cosbdpp+2psinb) (47)
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where we have used é,-ég = cosflsin¢ and e, - &, = sinfsin ¢. Using the expression for the phoretic
mobility gives

é, K= sin¢{—cos€ [u(p) - u(a)] 0(0-6p)+2 (u(“) + [u(p) - u(a)] H(O- 90)) sin@}
=sing {2;4(‘1) sin 6 + [u(p) - u(a)] [2H (0 —00) sinf - §(0 — 6p) cos 9]} (48)

and thus, we can write the field kernel for translation along the y-axis as

&y Ky =sing {250 0) + [P - p D] 0F ) = £ (0)sing (49)
07(6;00) = 2H (0 — ) sind — §( — 6y) cos b (50)

which are Eq. (47a) and Eq. (47b) in the main manuscript, respectively.

To obtain the translational flux kernel we need to calculate {|é, - K[}, . The dependence of the
field kernel (49) on sin¢ necessitates that the flux kernel coefficients {e, - K[}, ~can be non-zero
only when m = +1, and thus ¢ # 0. Using

27 7 27
{|éy~Kt[}21:f0 fo éy-Kth,lsmedodgb:fo fo &, -Ki(-Y;_,)sin0dfdg = - {&, K.}, | (51)

and Yy -1(0,0) ==Y, (0,0¢) = -Y;.1(0,0)e™ we can write

-3 i [Hey Kib L Yo (0.0) ey K Y2 (6.0

= g “il [{Iéy Kelry s e’ —{e, - Kelrp 1™ ¢] Y,,1(0,0)

= ; ﬁ [Hey - Kibyy €+ fey - Kiby ] V2 (0,0)

- lil ﬁﬂ{e[{]éy Killy, ew]Yg,l(e,O) (52)

where Re[-] returns the real part of the complex number. Evaluating
e ey Kby, = e { ¥ () singl}, |
—e [ " A PO sing! Vi (0, &) sin 06 do’
= ei® /O 7 i sin ol des fo " FY0)) Y01 (0',0) sind'do’
= (cosé + isin @) (~im) /0 " FY(0') Yol (6,0) sin0'd6’

— 7 (=icos + sin ) foﬂ FY(O') Yo (6,0)sin6'de’ (53)



11

and taking its reals part, combined with Eq. , leads to

+ > 2 7"
e, K5 =sing Y ﬁym(e,o)f FY(8") Yo (6',0) sin6'd6’ (54)
(=1 0

and we are left with the calculation of the integral. For the uniform phoretic mobility term
p{® (2sin @), using sin @ = BY; 1(6,0), where B = —2,/27/3, we have

Ym(e,())f [u(a)(Zsinﬂ')]YM(G',O)SinG'dﬂ':2u(“)Yg71(9,0)f BY1.1(6',0) Ye.1(6',0) sin60'd6’
0 0
B
=2u'Y,,1(6,0) (%5&1)
1
=24 Y BY; 1(6,0)6,
27
1
=~ @sin6 4, (55)
™
and thus,
> 2T > 27

77 1
> ng,l(@,O) /0 [ (25in60")] V2,1 (0',0) sin0’do’ = > m;ﬂ(a) sin@d,1 = p“sing  (56)
0=1 ¢=1

For the term corresponding to the difference of the phoretic mobilities we need to use direct inte-
gration. Therefore, defining

o0 2 T
or(9;6,) = Z““l{zfgo Y;1(0,0)(sin6')? d¢’ — sin 0, cosem,l(eo,o)}m,l(e,o) (57)
=1

which is Eq. (48b) in the main manuscript, we can write the y-component of the flux kernel in the
form,

éy- Kf+:sin¢>{,u(a) sin 6 + [,u(p)—u(a)] 9{(9;80)} = f1'(0) sin¢ (58)

which is Eq. (48a) in the main manuscript.
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Therefore, we can obtain the translational velocity,
R -1 ) St . gt
ey-UszdSey-Kt ’I’LI‘

-1 27 T
= [ [T 0o (7 (0) sin 6] {[1 - H(O - 00)][1-2H (6 - m)] T}
_ _1"0 21
~ 47D Jo

_ 7]
To ><4><f " sinfdo f7()
0

- 47D
()
f sinfdo ()
0

[1-2H(¢-7)]sin¢do foﬂ sin6.d6 T (0)[1 - H (6 - 0))]

_ U(ref) 2

Iu,(a) ;
_ Uten 2
’u,(a) T

2

™

0
/(; " singdo {u(“) sinf + [u(p)—u(“)]@f(é);ﬂo)}

(p)

U, " inz0do + U | B0 1|2 [ snodser (o:0
= Ulref) \A SI + (ref) W_ ;A S t( ) 0)

21 1 . (p) 2 b
= Vg5 (90 = smza) 4 Uger [//j(“) - 1] = [ sinodo©F (0:00)

0
0y sin26 1) 2 b r
:U(ref)(?- — )+U(ref) Fs-1 ff 5in 0.6 O (6 6) (59)
1 7w Jo

Therefore, defining the dimensionless velocities,

90 sin 290
Utunify = — — ) 60
(unif) =~ = T (60)
A9 0o r
U=" f d6 sin 6 OF (6:6,). (61)
m™JOo

which are Eq. (50a) and Eq. (50b) in the main manuscript, respectively, we have the scaled trans-
lational velocity along the y direction,

é, U Iu(p) A
=Umin + | ——-11|U, 62
U(ref) (nif) (/J'(a) ( )

which is Eq. (49) in the main manuscript.

B. Rotational Velocity

For the rotational field kernel, we have

Ky =~ x (aVsp) = —&, x g0t = —&40g1 = &4 [P — ] (0 - 05) (63)
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which is Eq. (51a) in the main manuscript. Since the only ¢ dependence is in &4, only {K,[, ,,

terms can be non-zero, and we have

& 1 > 1 :
’Cf = Z Z 7.1 {]KTI}Zm Yz’m(9,¢) = Z 72Re[{|Krl}z,1 € ¢]Yz,1(9,0)
=0 —tems<r £+1 i+l

Evaluating

™ 2
(e 3(0 - 00)b,, = fo fo e40(0 - 00) Yi,(0,0) sin 0.d0 do
27 . T
- f e ey do f 5(6 - 00) Ye1(6,0) sin .6
0 0
2w . T
- f e (—singe, +cos¢éy)d¢f 5(0— 60) Ye.1(6,0) sin 0.6
0 0
= W(ZéL + éy)n71 (90, O) sin 90
and taking its real part leads to
2Re [{IKT[}&1 ew] =-27 [,u(p) - ,u(a)] Y2,1(00,0) sin 0 Re [ (ie, + éy)ew]
=27 [,u(p) - ,u(“)] Y7,1(60,0) sin b (—sing &, + cos ¢ &)
=-27 [,u(p) - ,u(“)] Y;.1(00,0)sin by é4

and thus,

oo

. ) a 27 .
’Cf = —€¢ [/,L(p) _/14( )] Z mn,l(eoao) Slne() Yé,l(970)
=1

Thus, defining

Or(0;00) = 27 3" Y21 (60,0)Y2.1(6,0) [S‘éngo]
= +1

which is Eq. (52b) in the main manuscript, we have
K7 =~y [ - 9] O (;65).

which is Eq. (51b) in the main manuscript.

(64)
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Calculating the angular velocity is straightforward,

-3 dSKS a5
8madD Js+
-3 u 27 T R r
- s [ =u@]a? [ [ sing oo [-e,0F (0:00)] {[1 - H(O - 60)][1 - 2H (6~ )] T}
-3 2 . T
= 2 [0 =y @] [T - 2H (6 m))(~eg)do [ sin0d8OF (0:60)[1 - H(6 - 60)]
8maD 0 0
— 6
:ﬂ[u(p)_u(a)]leéxxf * sin0dg OF (4; 6,)
8mraD 0

= e,
m™ JOo

Utfre (p) 0
(ref) [M _1]3f * sin0dg OF (4; 6,) (70)
a 'u(a)

Therefore, defining the reference angular velocity scale as

Q(rof) = U(rcf)/a7 (71>
the scaled angular velocity as
Q u®) ) A
=e, -1]1Q(6p), (72)
Q(ref) (M(a) ( O)

which is Eq. (54) in the main manuscript. The dimensionless function is

0o
6(90)=§/ d6 sin 6 ©X(0: 6,), (73)
m™JOo

which is Eq. (55) in the main manuscript.





