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Spontaneous symmetry breaking and formation of self-organized structures in nonlinear systems are intriguing
and important phenomena in nature. Advancing such research to new nonlinear optical regimes is of much
interest for both fundamental physics and practical applications. Here we propose a scheme to realize optical
pattern formation in a cold Rydberg atomic gas via electromagnetically induced transparency. We show that,
by coupling two Rydberg states with a microwave field (microwave dressing), the nonlocal Kerr nonlinearity
of the Rydberg gas can be enhanced significantly and may be tuned actively. Based on such nonlocal Kerr
nonlinearity, we demonstrate that a plane-wave state of a probe laser field can undergo a modulation instability
(MI) and hence spontaneous symmetry breaking, which may result in the emergence of various self-organized
optical patterns. Especially, we find that a hexagonal lattice pattern (which is the only optical pattern when the
microwave dressing is absent) may develop into several types of square lattice ones when the microwave dressing
is applied; moreover, as an outcome of the MI the formation of nonlocal optical solitons is also possible in the
system. The optical patterns and nonlocal optical solitons found here can be flexibly manipulated by adjusting
the effective probe-field intensity, nonlocality degree of the Kerr nonlinearity, and strength of the microwave
field. Our paper opens a route for versatile controls of self-organizations and structural phase transitions of laser

light, which may have potential applications in optical information processing and transmission.
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I. INTRODUCTION

Symmetry breaking and formation of ordered structures
(patterns) in spatially extended dissipative systems driven
away from equilibrium via some instability mechanisms are
very interesting and important phenomena, occurring widely
in physics, chemistry, biology, cosmology, and even eco-
nomics and sociology, etc. [1-7]. Well-known instability
mechanisms for pattern formations include the Rayleigh-
Bénard instability in thermal fluid convection [8,9], the
Taylor-Couette instability in rotating fluids [10], the elec-
trohydrodynamic instability in nematic liquid crystals [11],
and the Faraday instability for parametric waves [12]; other
typical examples are the lasing instability in laser devices
[13-15], the Mullins-Sekerka instability for solidification pat-
tern growth (e.g., snowflakes) [16], and the Turing instability
for structures created in chemical reaction and living systems
(e.g., animal coats) [17]. For details, see Refs. [1-7] and
references cited therein. One of the main characteristics of
these pattern forming systems is that an external drive (stress)
must be applied, and the induced instability triggers symmetry
breaking, causing dissipative structures to appear immediately
in the linear regime.

Besides the linear instability in driven dissipative systems,
much attention was also paid to the research of modulational
instability (MI) in nonlinear systems [18-25]. M1 is a typical
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nonlinear instability discovered first in the study of water
waves [26], and may apply to nondissipative and nondriven
systems, where a plane wave of finite amplitude may undergo
an instability and lose its energy to sideband components,
resulting in a nonlinear modulation of the plane wave. Usually,
MI is considered in wave dynamics problems for conserva-
tive nonlinear systems, where wave envelopes are controlled
typically by the cubic nonlinear Schrédinger (NLS) equation,
with local and attractive Kerr nonlinearities. For such systems,
the existence of MI is thought to be the major reason for the
formation of solitons (see Refs. [18-35] and references cited
therein).

In recent years, considerable efforts were made on the
study of MI in conservative nonlinear systems described by
cubic NLS equations with nonlocal Kerr nonlinearity. It was
found that MI may occur in such systems even if the Kerr non-
linearity is repulsive, or has both repulsive and attractive parts
[36—44], which provides the possibility to realize spontaneous
symmetry breaking [45] and generate spatially extended, or-
dered structures in nonlocal nonlinear media. Various self-
organized patterns were found [42-44,46—48], especially the
ones of atomic density formed in Rydberg-dressed [40,49-54]
and dipolar [55-60] Bose-Einstein condensates.

On the other hand, in the past two decades a large
amount of research works focused on the investigation of cold
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Rydberg atomic gases [61,62] working under the condition
of electromagnetically induced transparency (EIT). EIT is an
important quantum destruction interference effect occurring
typically in resonant three-level atomic systems, by which
the absorption of a probe laser field can be largely elim-
inated by a control laser field [63]. Due to strong, long-
range atom-atom interaction (also called Rydberg-Rydberg
interaction), such systems are desirable nonlinear optical me-
dia with strong, nonlocal Kerr nonlinearity if the Rydberg-
Rydberg interaction is suitably mapped to photon-photon
interaction via EIT [64,65]. In an interesting work, Sevincli
et al. [66] reported a self-organized hexagonal optical pat-
tern via a MI of a plane-wave probe beam in a cold
Rydberg atomic gas with a repulsive Rydberg-Rydberg
interaction.

In this paper, we propose and analyze a scheme for
realizing various self-organized optical structures and their
structural phase transition in a cold Rydberg atomic gas via
a Rydberg-EIT [67,68]. By exploiting a microwave dress-
ing (i.e., a microwave field couples two electrically ex-
cited Rydberg states) [69-83], we show that the nonlocal
Kerr nonlinearity of the Rydberg gas (which has only a
repulsive Rydberg-Rydberg interaction in the absence of the
microwave field) is significantly modified, and its strength
and sign can be tuned actively. Based on such nonlocal Kerr
nonlinearity, we demonstrate that a homogeneous (plane-
wave) state of a probe laser field can undergo MI and hence
spontaneous symmetry breaking, which may result in the
formation of various ordered optical patterns.

Through detailed analytical and numerical analysis, we
find that a homogeneous state of the probe field is first tran-
sited into a hexagonal lattice pattern (which is the only lattice
pattern when the microwave dressing is absent). Interestingly,
this hexagonal lattice pattern may undergo a structural phase
transition and develop into several types of square lattice
patterns when the microwave field is applied and its strength
is increased. Moreover, as an outcome of the MI the formation
of nonlocal spatial optical solitons is also possible by a
suitable choice of system parameters. The optical patterns
and nonlocal optical solitons found here can be flexibly
manipulated via the adjustment of the effective probe-field
intensity, nonlocality degree of the Kerr nonlinearity, and
strength of the microwave field. Our paper opens a way for
actively controlling the self-organization and structural phase
transition of optical patterns through microwave dressing on
Rydberg gases, which are not only of fundamental interest
but also useful for potential applications in optical information
processing and transmission.

The remainder of the paper is arranged as follows. In
Sec. II, we describe the physical model, discuss the modifi-
cation and enhancement of the Kerr nonlinearity contributed
by the microwave field, and derive the nonlinear envelope
equation of the probe field. In Sec. III, we consider the
MI of a plane-wave state and investigate the formation and
structural phase transitions of optical patterns controlled by
the microwave field, effective probe-field intensity, nonlocal
Kerr nonlinearity, and its nonlocality degree. The result on the
formation of nonlocal spatial optical solitons is also presented.
The last section (Sec. IV) gives a summary of our main
research results.
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FIG. 1. Schematics of the model. (a) Ladder-type four-level
atomic configuration for realizing the microwave-dressed Rydberg-
EIT. Here, the weak probe laser field (blue), strong control laser field
(red), and strong microwave field (green) with half Rabi frequencies
Q,, Q., and Q,, drive the transitions |1) <> [|2), |2) <> |3), and
|3) <> |4), respectively. States |1) and |2) are, respectively, ground
and excited states. Both |3) and |4) are highly excited Rydberg states.
A, Az, and A4 are, respectively, the one-, two-, and three-photon
detunings. I'j5, I'23, and I'p4 are the spontaneous emission decay
rates from |2) to |1), |3) to |2), and |4) to |2), respectively. Two
Rydberg atoms locating, respectively, at position r and r’ interact
through van der Waals potential hVidW(r’ —r) (Il =s,d, e; see text).
(b) Possible experimental geometry, where small solid circles denote
atoms and large dashed circles denote Rydberg blockade spheres.
(c) Emergence of an optical pattern via modulation instability.

II. PHYSICAL MODEL, THE NONLINEAR ENVELOPE
EQUATION, AND ENHANCED KERR NONLINEARITY

A. Physical model

We consider an ensemble of lifetime-broadened four-level
atomic gas with a ladder-type level configuration, shown
schematically in Fig. 1(a). Here, the weak probe laser field
with central angular frequency w,, wave vector k,, and half
Rabi frequency 2, drives the transition from atomic ground
state |1) to intermediate state |2), and the strong control
laser field with central angular frequency ., wave vector
k., and half Rabi frequency 2. drives the transition |2) to
the first highly excited Rydberg state |3). This ladder-type
three level EIT is dressed by a microwave field with central
angular frequency w,,, wave vector k,,, and half Rabi fre-
quency £2,,, which couples the transition between the Rydberg
state |3) and another Rydberg state |4). The total electric
fields acting in the atomic system can be written as E(r, ) =
> e £ Hee., with e; and &, respectively, the
polarization unit vector and the envelope of jth laser field
(j=p,c,m). Ay, Az, and A4 are, respectively, the one-,
two-, and three-photon detunings; I"j», I'23, and I'y4 are the
spontaneous emission decay rates from |2) to |1), |3) to |2),
and |4) to |2), respectively. The microwave field is employed
here to realize a microwave-dressed Rydberg-EIT [69-83] and
thus to modify the Rydberg-Rydberg interaction, which, in
turn, can manipulate the interaction strength and sign for the
photons in the probe field and hence realize self-organized
optical structures not discovered before.

The dynamics of the system is controlled by the Hamil-
tonian H = N, [ d*rH(r,t), where F(r,t) is Hamiltonian
density and NV, is atomic density. Under the electric dipole and
rotating-wave approximations, the Hamiltonian density in the
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interaction picture reads
H=H+ Hyw, (D

where Hamiltonian #{; describes unperturbed atoms as well
as the interaction between the atoms and the laser fields and

Hyaw describes the Rydberg-Rydberg interaction; the two,
respectively, are given by

4
= —hY AaSuw = H(QpS12 + Q823 + QuSas + Heco),
a=2
(2a)
ﬁvdW
- h/\/a/d3r’{ D Baa @ V5 () = 1)S(r. 1)

a=3,4

V4 —D)[833 (1, )8ua(r, ) +8us(r', 1)833(r, 1)]
V5 (0 =) [Sa3(1, £)834(r, 1) +834(1, )83 (x, f)]}-
(2b)

Here d°r =dx'dydz; 8.5 =|B)(a|explil(ks —Kq) -
r — (wg — wy + Ag — Ay)t]} is the transition operator
satisfying the commutation relation [S‘aﬁ (r,1), S'a/,g/(r’, )] =
NS — 1) [8apSwp(r, 1) — 8wpSap (', 1)];  the  one-,
two-, and three-photon detunings are, respectively, given
by Ar=w,— (w2 —w1), A3=w.+w,— (03— w),
and Ay =w.+wp+ oy — (03 — 1), with E, = liwg
the eigenenergy of the atomic state |«). The half Rabi
frequencies of the probe, control, and microwave fields are,
respectively, Q, = (e, p21)Ey/h, Q. = (e. - pn)é./h, and
Q= (e - P43)En/h, With pupg the electric dipole matrix
element associated with the transition between the states |a)
and |B).

The Hamiltonian density Hyaw is the contribution by the
Rydberg-Rydberg interaction, which contains four parts, rep-
resented by V35, Vi,, V§’4, and Vj,, respectively; the term
Viy = —C5,/If —r® (Vi = —C3,/Ir' — r|%) describes the
van der Waals interaction between the two atoms located,
respectively, at positions r’ and r and excited to the same
Rydberg state |3) (|4)); the term V¢, = —C¢, /|’ —r|® (V§, =
—C4,/Ir' —r|*) describes the direct nonresonant van der
Waals interaction (resonant exchange dipole-dipole interac-
tion) between the two atoms excited to different Rydberg
states (i.e., |3) and |4)). Here C(iﬂ ({aB} ={33,44,34}; | =
s, d, e) are dispersion parameters [73-75].

The time evolution of the atoms in the system is governed
by the optical Bloch equation

ap [N

5 = h[H,p] I'lpl, (3)
where p(r, 1) = (S(r, 1)) [84] is a 4x4 density matrix (DM)
[with density-matrix elements pepg(r, t) = (S‘aﬁ (r,t));a, B =
1,2, 3, 4] describing the atomic population and coherence,
and T is a 4x4 relaxation matrix describing the spontaneous
emission and dephasing. Explicit expressions of p,g(r, t) are
presented in Appendix A.

The propagation of the probe field is controlled by the
Maxwell equation, which under paraxial and slowly varying
envelope approximations is reduced to [65]

i(i + 13)9 + - VPQ, d ko =0, (&)
aZ c 8t P zwp 1 Nép 12021 = U,
where V2 = 9?/0x* 4+ 82/9y* describes diffraction, ki, =
J\/awp|(ep . p12)|2/(260ch) is a parameter describing the cou-
pling between the atoms and the probe field, and ¢ is the
light speed in vacuum. Without loss of generality, we as-
sume the probe field propagates along the z direction, i.e.,
k, = (0,0, w,/c); to suppress Doppler effect, the microwave
field is along the z direction but the control field is along
the negative z direction [i.e., k,, = (0,0, w,/c) and k., =
(0,0, —w./c)]. A possible experimental arrangement is given
in Fig. 1(b).

Note that the physical model described above is valid for
any microwave-dressed Rydberg atomic gas. But for latter
calculations where numerical values of the system are needed
we take cold #’Rb atomic gas [73] (which has density-density
interaction in the absence of the microwave field) as a
realistic example. The assigned atomic levels in Fig. 1(a)
are |1) =1[5812), |2) =|5P3p2), |3) = [nSip), and [4) =
|nPs/). For example, for principal quantum number n = 60,
the dispersion parameters are C3; = —27 x 140 GHz um®
(repulsive interaction), Cj, = 2w x295 GHzum® (attractive
interaction), C§, = —27 x3 GHzum® (repulsive interaction),
and (35, = —27 x3.8 GHz pm’ (repulsive interactions)
[73,78,85], respectively. Typical system parameters are
chosen as follows: A, = 3.17x10* MHz, A; = 15.3 MHz,
A4 = 132MHZ, F]z =2mrx6.1 MHZ, F3 = F4 =
27 x1.67x1072MHz; Q. = 20MHz; M, = 1.0x 10" cm 3.

We stress that although the Bloch Eq. (3) is for
the evolution of one-body density-matrix elements
Pap(r,t) it involves two-body density-matrix elements
Pap (1) = (Sup(x',1)S,,(r, 1)) due to the Rydberg-
Rydberg interaction; furthermore, the equation of motion for
Pap (X', T, 1) involves Ehree—bod}: density—[natrix elements
Pap,puv,ys (I'”, r/5 r, t) = (Socﬁ(r”a I)Suv(r/’ t))SyrS (r7 t))a and
so on. Thus an effective approach for solving such a hierarchy
of infinite equations involving many-atom correlations is
needed.

B. Enhanced Kerr nonlinearity by the microwave dressing

We first consider the modification of Kerr nonlinearity
of the system induced by the microwave field based on the
physical model described above. For simplicity, we assume
that the control and microwave fields are strong enough, so
that they are not depleted during the propagation of the probe
field. Since the probe field is weak, a perturbation expansion
can be applied to solve the Maxwell-Bloch (MB) equations (3)
and (4) by taking €2, as a small expansion parameter. Gen-
eralizing the approach developed in Refs. [86-89], where
MB equations for Rydberg atomic gases without microwave
dressing are solved beyond mean-field approximation in a
self-consistent and effective way, we can obtain the solutions
of the Bloch Eq. (3) using the perturbation expansion up
to third-order approximation. In particular, the result of the
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one-body density-matrix element p,; can be obtained analyti-
cally (see Appendix A for detail).

With the expression of p,; and the definition of probe-field
susceptibility, i.e., x = Na(e-py)p21/(€0E,y), it is easy to
obtain the optical susceptibility of the probe field, which reads

X=X+ (i + X 1€ )

where x (D is the linear susceptibility; x> and x.). are lo-

cal and nonlocal third-order nonlinear (Kerr) susceptibilities,
originated, respectively, from nonzero two-photon detuning
(i.e., A3 #0) [86-91]) and from the Rydberg-Rydberg in-
teraction in the system. Expressions of x, x”, and x.
are given in Appendix B; see Egs. (B1), (B2), and (B3),
respectively. Using the system’s parameters given at the final
part of the last subsection and taking €2,, = 18 MHz, we ob-
tain x> ~ (5.08 +0.012i)x 10" ' m?/V2, x$) ~ (3.05 +

lo
0.022i)x 1078 m?/V2. We see the imaginary parts of x>, and

X;?O)C are much smaller than their real parts, which is due
to the EIT effect contributed by the control field; moreover,
the nonlocal Kerr nonlinearity is three orders of magnitude
larger than the local one, which is due to the strong Rydberg-
Rydberg interaction together with the microwave dressing.

It is helpful to reveal how the microwave dressing modifies
the Kerr effect of the system. Figure 2(a) shows the real
part Re( XI(OSC)) (solid red line) and imaginary part Im( Xl(jc) )
(dotted blue line) of the local nonlinear susceptibility lec) as
a function of the half Rabi frequency €2,, of the microwave
field. Figure 2(b) is the same as Fig. 2(a) but for the nonlocal
nonlinear susceptibility XSO)C. From the figure we see that the
nonlinear optical susceptibilities have two evident features.

(i) Both the real parts of X1(03C) and Xr(lfo)c are much larger
than the corresponding imaginary parts, contributed by the
EIT effect.

(i1) In the value range of €2, taken here, Re( xl((i) ) is an
increasing function; however, Re(Xsfo)c) increases first, then
arrives at a maximum at some value of 2,,, and decreases
when €2, is increased further.

At the point of the maximum, where €2, & 18 MHz,
Re(Xéfo)c) A~ 3.05x1078m?/V2, which is 15 times larger
than the case without the microwave field [Re( X;fo)c) A
0.2x1078 mz/V2 for 2,, = 0]. Thus, microwave dressing can
be used to modify the Kerr effect of the system greatly.

To support the above conclusion, a calculation is carried
out for the interaction potential of two Rydberg atoms located,
respectively, at positions r and r’, which may occupy the
Rydberg states |3) and |4). In the absence of the microwave
field (i.e., 2, = 0), the basis set of such a two-atom system
consists of states |33) = |3,3;), [44) = |414,), and |34.) =
1/v2(13142) % |3241)), with the subscripts 1 and 2 represent-
ing atoms 1 and 2, respectively. The (bare state) eigenener-
gies of the system are E33 = —hC3,/|r' — r|6, Ey =2RA —
hCyi, /v — rl°, E, = WA + RCS,/|v — r?, and E;, =hA —
RCY,/Ir — r|®, with A = A3 — A4 = 13.98 MHz. Since anti-
symmetric state |34_) is nearly not coupled to the laser field,
one can disregard it if the microwave field is present (i.e.,
R, # 0). Then, the Hamiltonian in the two-atom basis set
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FIG. 2. Kerr nonlinearity enhancement, interaction potential en-
ergy, and normalized nonlinear-response function 91 of the probe
field in the presence of the microwave dressing. (a) Real part Re( Xl(sc))
(solid red line) and imaginary part Im( xlfc)) (dotted blue line) of
the local nonlinear susceptibility X](:c) as a function of the half Rabi
frequency €2, of the microwave field. (b) The same as (a) but for the
nonlocal nonlinear susceptibility xéfo)c. (c) Potential-energy curves
E; (solid blue line), E, (solid black line), and E5 (solid red line)
of two Rydberg atoms as functions of the interatomic distance r =
v —r| for 2, = 10MHz and A = 13.98 MHz; E3; (dashed blue
line), E44 (dashed black line), and E;4 (dashed red line) are for the
case without the microwave field. (d) Normalized response function
N/NMmax as a function of the dimensionless coordinate £ = x/Ry (Ry
is the typical transverse beam radius of the probe field) with €2,, = 0
(dotted black line), 5 MHz (solid red line), and 15 MHz (solid blue
line), respectively. Inset: The normalized response function 9t /M pax
in momentum space (i.e., the Fourier transformation of Re/Re,) as
a function of the dimensionless wave number 8, = Rok, (k. is the
dimensional wave number in the x direction) with €2,, =0, 5, and
15 MHz, respectively.

{133), |34.), |44)} takes the form

- ‘rrcéi-p \/zgzm 0
H=h|V2Q, A+z2:  V2Q, |- )
0 V29,  2A — lr,c_i‘; .

After diagonalization, we can obtain the energies E;, E,, and
E; of the Hamiltonian (6). Potential-energy curves of Ej, E»,
and Fj3 as functions of the interatomic separation r = |r’ — r|
for ©2,, = 10 MHz are shown in Fig. 2(c). For comparison, the
bare potential-energy curves Ez3, E44, and E;Z (for 2,, =0)
are also shown. We see that, compared with the case without
the microwave field, the potential-energy curves are modified
largely by the introduction of the microwave field, especially
for small interatomic separation r. The reason is that the
microwave dressing brings a coupling between the Rydberg
states |3) and |4), and thereby a modification of the Rydberg-
Rydberg interaction. It is the use of the microwave dressing
that brings the significant change and enhancement of the
nonlocal Kerr nonlinearity.

023519-4



STRUCTURAL PHASE TRANSITIONS OF OPTICAL ...

PHYSICAL REVIEW A 102, 023519 (2020)

C. Nonlinear envelope equation and the property
of the nonlinear-response function

We now derive the envelope equation which controls the
dynamics of the probe field. By substituting the solution of
P21 into the Maxwell Eq. (4) and making a local approxima-
tion along the z direction on the nonlocal nonlinear-response
function (see the Appendix B), we obtain the following three-
dimensional (3D) nonlocal nonlinear Schrodinger (NNLS)
equation:

082,

c
—L 4+ —V2Q, + Wi |Q2,)°
laz +2wp 182, + Wil€2,1°€2),

+ / d*r'G(r', —r)|Q,( )Ry, 2) =0, (7)

with r, = (x,y), d*/' =dx'dy. The third and fourth
terms on the left-hand side of this equation describe
two types of self-phase modulations of the probe field,
contributed, respectively, by the local Kerr nonlinearity
(originated from nonzero two-photon detuning, i.e., Az # 0
[86-91]) and the nonlocal Kerr nonlinearity (originated
from the Rydberg-Rydberg interaction). In the integral of
the fourth term of the NNLS equation, G is a reduced
nonlinear-response function, taking the form G(r|, —r ) =
Y owmsa Gha (L —r1) + 30, Gh(r — 1), with
thxﬂ(r/J_ —r;)= fdz/foﬁ(r/ —r) ({aB} = {33, 44, 34};
| =s,d, e). Explicit expressions of the matrix elements of
nonlinear-response function Ré 8 (r’ —r) and local nonlinear
coefficient W are given in Appendix B [see Eqgs. (B4) and
(BS), respectively]. Due to the microwave dressing, the
nonlocal Kerr nonlinearity consists of four parts; the first
(second) part G3;(r', —r) [G},(r —r )] is contributed by
the interaction of the atoms lying in the same Rydberg state
13) (14)); the third (fourth) part G4,(r', —r1) [G5, (x| —ry)]
is contributed by the interaction of the atoms lying in the
different Rydberg states |3) and |4).

For the convenience of later discussions and numerical
calculations, we rewrite the 3D NNLS Eq. (7) into the nondi-
mensional form

ou
l_
as

with s =z/QLasr), u=Q,/Up, VI =09%/3&>+9?/dn?,
=)= (x.y)/R, and d*¢'=dg'dn’. Here Lgx =
a)pR(z, /c is the typical diffraction length, which is 1.61 mm
in our system; Uy is the typical Rabi frequency of the probe
field; Ry is the typical beam radius of the probe field; the
nondimensional nonlinear-response function is defined by
R —C) = 2LaUZRIGI(Z — £)Ro]. Note that in writing
Eq. (8) we have neglected the term related to W, because the
local Kerr nonlinearity is much smaller than the nonlocal one
[88].

The property of the nonlocal Kerr nonlinearity of the
system is characterized by the nonlinear-response function
R(T). Comparing with the case without the microwave field
(Qn = 0), RQ) is largely modified and can be manipulated
by the use of the microwave field (£2,, # 0). To demonstrate
this, the normalized response function /R ax as a function
for £ = x/Ry is shown in Fig. 2(d), where the dotted black

+Viu+ f d*ERE — OMu@, )PuE, ) =0, (8)

line, solid red line, and solid blue line are for 2,, = 0, 5, and
15 MHz, respectively. We see that, due to the role played by
the microwave field, the shape of 9%/N .« is changed signif-
icantly. Especially, for a larger microwave field, the 91/9 .«
curve becomes negative for the small value of £ (not shown
here), consistent with the result obtained in Ref. [73]. Plotted
in the inset of the figure is the normalized response function in
momentum space 13 / Nmax (i.e., the Fourier transformation of
N/Nmax) as a function of the nondimensional wave number
B1 = Rok, (k. is the wave number in the x direction) with
Q, =0, 5, and 15 MHz, respectively. One sees that .‘Y\‘/ R inax
has only one change in sign for €2, = 0; however, more
changes in sign arise when €2, takes nonzero values. Such
behavior of it /9y is due to the joint action by the nonlocal
Kerr nonlinearity and the microwave field, through which the
MI of the plane-wave probe field may occur (see the next
section).

Except for the significant dependence on the microwave
field €2,,, the property of the response function depends also
on another parameter, i.e., the nonlocality degree of the Kerr
nonlinearity, defined by

o = Ry/Ry, )

where R;, is the radius of the Rydberg blockade sphere,
given by R, = |C§3/8EIT|1/6 [62,64,65], with Sgr the width of
the EIT transparency window. One has 8gir = |Q2|%/y21 for
A, =0, and Sgir = |QC|2/A2 for A, > y»1. With the system
parameters used here, we have R, ~ 8.34 um. In the next
section, we shall show that the structural phase transitions of
the optical patterns of the system depend strongly not only on
the microwave field €2,, but also on the nonlocality degree o
of the Kerr nonlinearity.

III. MODULATIONAL INSTABILITY, EMERGENCE
OF OPTICAL PATTERNS, AND SOLITONS

A. Modulation instability

Ml is a nonlinear instability of constant-amplitude continu-
ous waves under long-wavelength perturbations, occurring in
a variety of contexts where Kerr nonlinearity is attractive and
local [19,22]; it can also arise in systems with repulsive but
nonlocal Kerr nonlinearity when the perturbations have both
long [36,38] and short [43,44,66] wavelengths. To explore
the MI in our system, we consider the MI of the plane-wave
solution of the NNLS Egq. (8), i.e.,

Upw(Z, 5) = Ag exp [—isA%)/m(E)ng}, (10)

where Ay is a real number. Since any perturbation can be
expanded as a superposition of many Fourier modes, we make
the MI analysis of the plane wave by taking only a periodic
mode as the perturbation, i.e.,

iz, s) =[Ao + aw’ﬁfﬂf + a;e—iB-ZH*s]
X exXp [_iSA(%/m(E)dZC}, (11)

where a; and a, are small complex amplitudes of the per-
turbation, B = (B1, B2) (B1 = Roky, B2 = Roky; ky and k, are
wave numbers in x and y directions, respectively) is the
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FIG. 3. Modulation instability and its manipulation for the plane-wave probe field in the Rydberg atomic gas with the microwave dressing.
(a) —A% (A is the growth rate) as a function of g = VB + B2 [B; = Rok;; k; is the wave number along the jth direction (j = x, y); Ry is
the typical transverse beam radius of the probe field], for the microwave field €2,, = O (dotted black line), 5 MHz (dashed red line), and
15 MHz(solid blue line), respectively; shadow regions are ones where MI occurs. (b) Real part of the growth rate Re(A) as a function of 8
and the effective probe-field intensity Iy = ozAé [with Ay the amplitude of the plane wave and o = — f S)t(Z)d% ], for the microwave field
Q,, = 10 MHz. The colorful region is the one for Re(1) > 0, where MI occurs. (c) Re(}) as a function of g and €2,, for Iz = 20; the colorful

region is the one where MI occurs.

nondimensional or two-dimensional wave vector, and A is the
growth rate of the perturbation, to be determined yet.

Substituting the perturbation solution (11) into Eq. (8) and
keeping only linear terms of a; and a;, it is easy to obtain the
expression of the growth rate:

2= —p2[B* — 24 9(B)], (12)

where g = /B2 + 2 and R(B) is the response function in

momentum space [i.e., the Fourier transformation of ER(Z )].

The property of the growth rate A depends on the plane-
wave intensity A2, the shape of the response function i where
the microwave field €2,, plays an important role. Shown in
Fig. 3(a) is the curve of —A? as a function of the nondimen-
sional wave number 8 for the microwave field €2,, = 0 (dotted
black line), 5 MHz (dashed red line), and 15 MHz (solid blue
line), respectively. The shadow regions in the figure are ones
for Re(1) > 0. That is to say, MI occurs in these shadow
regions and hence the plane-wave state of the probe field is
unstable. The MI will lead to a symmetry breaking of the
system and hence a phase transition to new states. As a result,
new optical self-organized structures (or pattern formation)
appear in the system (see next section). We note that, different
from the cases reported in Refs. [36,38] but similar to those
considered in Refs. [43,44,66], the MI in the present system
arises for the perturbation of short wavelengths.

To obtain a further understanding of the MI, Fig. 3(b)
shows the real part of the growth rate, Re()), as a function
of B and the effective probe-field intensity

Lit = aA} (13)

for ,, = 10MHz, where a = — [ R({)d?¢ is a parameter
characterizing the role of the nonlocal Kerr nonlinearity. The
colorful region in the figure is the one where Re(1) > 0 and
hence MI occurs. Figure 3(c) shows Re()) as a function of
B and 2, for I = 20, with the colorful region denoting the
one where the MI happens. From these results we see that the
MI depends not only on the effective probe-field intensity Iog
but also on the microwave field €2,,, which provides ways to

manipulate the MI and thereby the emergence of the optical
patterns in the system.

B. Pattern formation controlled by the Kerr nonlinearity
and the microwave field

We now turn to consider the outcome of the MI in the
system. Note that in the absence of the microwave field
the system is reduced to a three-level one (i.e., conven-
tional Rydberg-EIT) and the atom-atom interaction Hamilto-
nian Hyqy owns only the term AN, [ d3r' S55(r, HVL@ —
r)S33(r, 1); however, in the presence of the microwave field,
the state |4) may have a significant population and hence it
plays an important role for the dynamics of the probe field. In
this case yaw owns four terms, which may be comparable
through the tuning of the system parameters. As a result,
the nonlinear-response function G in the envelope Eq. (7)
contains four terms, ie., G = G}; + G}, + G4, + G5,; the
nonlocal Kerr nonlinearities contributed by G5;, G4,, and G5,
are repulsive, but the one contributed by Gj, is attractive.
Therefore, depending on system parameters and based on
the competition among these four terms in G, the total Kerr
nonlinearity of the system may be a type of self-defocusing
or self-focusing, which means that the system may support
very rich nonlinear structures after the occurrence of the
M]I, including the emergence of various optical patterns and
solitons. Generally, when the repulsive part (contributed by
G335, G‘3i4, and G%,) plays a dominant role over the attractive
part (contributed by Gj,), the MI results in the formation
of optical patterns; in contrast, when the attractive part is
dominant over the repulsive part, the MI gives rise to the
formation of bright solitons.

As a first step, we focus on the case of pattern formation,
for which the whole Kerr nonlinearity must be a type of
self-defocusing. This can be realized by choosing suitable
system parameters to make the repulsive part in G (i.e., G35,
G4,, and G%,) larger than the attractive part (i.e., G5,). In fact,
the system parameters given in the final part of Sec. IT A fulfill
such a requirement. Except for these parameters, the other
three parameters, i.e., L (the effective probe-field intensity),
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FIG. 4. Pattern formation and phase diagram controlled by the
effective intensity of the probe field Ly = A and the microwave
field €2,,, for the nonlocality degree o = R,/Ry = 1. Here, A is
the amplitude of the plane-wave state; @ = — [ R(¢)d?¢; Ry, and
Ry are the Rydberg blockade radius and the transverse radius of the
probe beam, respectively. (a) Phase diagram of the structural transi-
tion of optical patterns, where different regions (phases) are obtained
by changing the values of Iy and €2,,. Region 1, the homogeneous
(i.e., the plane-wave) state; region 2, the hexagonal lattice; region 3,
the type-I square lattice; region 4, the type-II square lattice. (b) The
hexagonal lattice of the normalized probe-field amplitude |u| as a
function of & = x/R, and n = y/R, for 2,, = 10 MHz and I.¢ = 15,
corresponding to the region 2 in panel (a). (¢c) The type-1 square
lattice of |u| as a function of & and 7 for 2,, = 13 MHz and I,z = 25,
corresponding to the region 3 in panel (a). (d) The type-II square
lattice of |u| as a function of &€ and 7 for 2,, = 15 MHz and I.¢ = 35,
corresponding to the region 4 in panel (a).

o (the nonlocality degree of the Kerr nonlinearity), and €2,,
(the microwave field), play significant roles for determining
the types of optical patterns in the system. Based on such
consideration and for obtaining the optical patterns, we seek
the ground-state solution of the system by a numerical simula-
tion solving Eq. (8) via an imaginary evolution and split-step
Fourier methods [92], for which the total energy of the system

E= f IViu(Z, s)ld*

1 N N > -
2 / / RC' = O, P @', )Pd*c'd* s (14)

is minimum. The initial condition used in the simulation is the
plane wave (10), perturbed by a random noise.

Shown in Fig. 4(a) is the phase diagram describing the
phase transition of self-organized optical structures, which are
controlled by the effective intensity of the probe field I =
aA} and the microwave field €2,,. The dashed lines in the
figure are boundaries of different phases. When obtaining the
phase diagram, the nonlocality degree of the Kerr nonlinearity,

TABLE 1. Differences between the type-I and type-II square
lattice patterns. Values of the normalized probe-field amplitude |u],
microwave field €2,,, effective probe-field intensity I, and lattice
constant / for the two types of square lattice patterns.

Type |u|max Qm Ieff l
Typel [Fig. 4(c)] 28.5 13 25 1.74
Type II [Fig. 4(d)] 54.4 15 35 1.66
Typel [Fig. 5(c)] 37.9 12 35 2.82
Type Il [Fig. 5(d)] 69.5 18 35 2.35

i.e., 0 = Rp/Ry, is fixed to be 1. From the figure, we see that
several structural transitions of optical patterns emerge when
I and €2, are changed in the following ways: (i) from the
homogeneous state 1 to the hexagonal lattice 2; (ii) from the
hexagonal lattice 2 to the type-I square lattice 3; and (iii) from
the type-1 square lattice 3 to the type-II square lattice 4. Here
1, 2, 3, and 4 represent regions of the homogeneous state,
hexagonal lattice, type-I square lattice, and type-II square
lattice, respectively.

To be more concrete, we give several examples for il-
lustrating the optical lattice patterns that correspond to the
self-organized structures indicated in the different regions of
Fig. 4(a). Figure 4(b) shows a hexagonal lattice pattern, where
the amplitude |u| of the probe field is normalized as a function
of £ =x/Ry and n = y/Ry; it is obtained by taking €2, =
10MHz and I = 15, located in the region 2 of Fig. 4(a).
Such a hexagonal lattice pattern was found by Sevincli et al.
[66] where no microwave dressing is used (i.e., 2,, = 0); in
this case the hexagonal lattice pattern is the only one that
can be obtained via the MI of the homogeneous (plane-wave)
state.

Plotted in Fig. 4(c) is the optical pattern by taking |u|
as a function of & and n, for 2, = 13MHz and ILg = 25
[which locates in the region 3 of Fig. 4(a)]. We see that in this
case a new optical structure, called the type-I square lattice,
emerges. Obviously, such a new optical structure, which does
not exist if the microwave dressing is absent, arises due to
the symmetry breaking induced by the introduction of the
microwave field.

Figure 4(d) gives the result for the optical pattern with
increasing microwave field and the effective intensity of the
probe field, by taking €2,, = 15 MHz and I.; = 35 [which is
in the region 4 of Fig. 4(a)]. One sees that in this situation
another type of optical structure, called the type-II square
lattice, appears. By comparing the type-I square lattice pattern
of Fig. 4(c), we see that there is an angle difference (around
45°) between the type-I and type-II square lattices; further-
more, there are also differences for the normalized probe-field
amplitudes and the lattice constants between these two types
of square lattice patterns (for details, see Table I below).

C. Pattern formation controlled by the nonlocality degree
of the Kerr nonlinearity and the microwave field

To explore the structural phase transition of the optical
patterns further, we now fix the effective probe-field intensity
(Igr = 35) but take the nonlocality degree of the Kerr nonlin-
earity o and the microwave field €2,, as control parameters.
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FIG. 5. Pattern formation and phase diagram controlled by the
nonlocality degree of the Kerr nonlinearity o = R,/Ry and the
microwave field €2,,, for the effective probe-field intensity Ly = 35.
(a) Phase diagram of the structural transition of optical patterns,
where different regions (phases) are obtained by changing the values
of o and ©2,,. Region 4, the pattern with hexagonal lattice structure;
region 3, the pattern with type-I square lattice structure; region 2, the
pattern with type-II square lattice structure; region 1, the homoge-
neous (i.e., the plane-wave) state. (b) The hexagonal structure of the
normalized probe-field amplitude |«| as a function of £ = x/R, and
n =y/Ro for Q,, = 10MHz and o = 2, corresponding to the region
4 in panel (a). (c) The type-I square structure of |u| as a function of
& and n for 2, = 12MHz and o = 1, corresponding to the region 3
in panel (a). (d) The type-II square structure of |u| as a function of &
and 7 for @, = 18 MHz and ¢ = 1, corresponding to the region 4 in
panel (a).

Similar to the last subsection, we seek the spatial distribu-
tion of the probe field for which the total energy (14) of
the system is minimum, through a numerical simulation of
Eq. (8).

Shown in Fig. 5(a) is the phase diagram of the structural
transition of optical patterns, where different regions (phases)
are obtained by changing the values of o and €2,,, separated
by dashed lines (i.e., boundaries of different phases). We see
that several structural transitions (i.e., from the homogeneous
state 1 to the hexagonal lattice 4, from the hexagonal lattice 4
to the type-I square lattice 3, and from the type-I square lattice
3 to the type-II square lattice 2 ) of the optical patterns arise
when o and 2, are varied.

We also give several examples for illustrating the optical
patterns corresponding to the self-organized structures indi-
cated in the different regions of Fig. 5(a). Figure 5(b) shows
a hexagonal lattice pattern, obtained by taking the normalized
amplitude of the probe field |u| as a function of & = x/R( and
n =y/Ry, for Q,, = I0MHz and 0 = 2 [located in the region
4 of Fig. 5(a)].

Shown in Fig. 5(c) is the optical pattern for €2,, = 12 MHz
and o0 = 1 [located in the region 3 of Fig. 5(a)]; one sees that
in this case the lattice pattern is a type-I square lattice, which
is absent without microwave field. Illustrated in Fig. 5(d) is
the optical pattern with 2,, = 18 MHz and ¢ = 1, which is in
the region 2 of Fig. 5(a); in this case the type-II square lattice
structure appears.

To see clearly the differences between the two types of
square lattice patterns, a quantitative comparison is made for
the normalized probe-field amplitude |u|, microwave field €2,,,
effective probe-field intensity I, and lattice constant / (i.e.,
the distance between the maxima of two adjacent optical
spots) between the type-I and type-II square lattice patterns
obtained in Figs. 4 and 5 by taking the nonlocality degree
of the Kerr nonlinearity o = 1, with the result presented in
Table I. We see that (i) the lattice constant / of the type-I
square lattice pattern is larger than that of the type-II one
and (ii) comparing Fig. 5(c) with Fig. 5(d) [Fig. 4(c) with
Fig. 4(d)], the lattice constant [ is larger for smaller microwave
field €2,,,. The physical reason for such differences is that the
nonlocal nonlinear-response function /9.« has a signifi-
cant dependence on the microwave field. When the microwave
field €2,, is increased, the shape of 91/« is largely modified
[i.e., it becomes narrower and steeper; see Fig. 2(d)], which
makes the system change into a new state and thereby a new
type of square lattice pattern emerges.

Combining Figs. 4 and 5, which are the key results of
this paper, we see that, in the parameter domains considered
here, the system supports three types of self-organized optical
structures (i.e., the hexagonal lattice and the type-I and type-II
square lattices), and their phase transitions can be controlled
by actively manipulating the microwave field (£2,,), the effec-
tive probe-field intensity (I.f), and the nonlocality degree of
the Kerr nonlinearity (o). The basic physical mechanism of
the MI and the formation of the optical patterns found here
may be understand as follows. When the plane-wave probe
field with a finite amplitude is applied to and propagates in the
Rydberg atomic gas along the z direction, the nonlocal Kerr
nonlinearity coming from the Rydberg-Rydberg interaction
brings a phase modulation to the probe field; due to the role
played by the diffraction in the transverse (i.e., x and y)
directions, the phase modulation is converted into amplitude
modulation. Because of the joint effect of the phase and
amplitude modulations, in some parameter domains the probe
field undergoes MI and reorganizes its spatial distribution and
hence the formation of optical patterns occurs.

The emergence of the different self-organized structures
(i.e., the hexagonal and square lattice optical patterns) and
related phase changes are originated from the spatial symme-
try breaking of the system. To understand this and illustrate
furthermore the differences between various optical lattice
patterns, a detailed theoretical analysis on the ground-state
energy of the system for different spatial distributions of the
probe-field intensity is given in Appendix C.

D. Formation of nonlocal spatial optical solitons

Spatial optical solitons, i.e., localized nonlinear optical
structures resulting from the balance between nonlinearity and
diffraction, can form through the MI of plane waves [33,93].
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However, a necessary condition for the formation of an optical
soliton is that the Kerr nonlinearity in the system should be of
the type of self-focusing. As indicated in Sec. III B, due to
the microwave dressing in our system there exist four kinds of
nonlocal Kerr nonlinearities, which are described by the four
response functions (i.e., G55, Giy, Gg’4, and G%,), and one of
them (i.e., G},) is attractive. Therefore, it is possible to make
the total Kerr nonlinearity of the system a self-focused one if
suitable system parameters are chosen.

In fact, a self-focused total Kerr nonlinearity can indeed
be obtained by choosing the following system parameters:
Ay = 6.28x10°MHz, A3 =6.92MHz, A, = 1x10*Hz,
[ =27x6MHz, I'; =y = 27x1.67x10"2MHz, Q. =
90MHz, and N, = 1.0x10"' cm™3. In this situation, the
attractive interaction contributed by G}, plays a dominant
role, and hence the plane-wave state (10) will undergo a MI
and can be squeezed into a soliton by the Kerr nonlinearity.

To confirm the MI, a numerical simulation based on an
imaginary-time propagation method is carried out by solving
the NNLS equation (8) with the above parameters. Shown
in Fig. 6(b) 1is the spatial distribution of the probe-field
envelope when it propagates a diffraction length of 5 (i.e.,
s = z/2Lggi = 5), by taking |u| (the normalized probe-field
amplitude) as a function of nondimensional coordinates & =
x/Ry and n = y/Ry, for the microwave field ©2,, = 10 MHz
and the nonlocality degree of the Kerr nonlinearity o = 1. The
initial condition used in the simulation is |u| = 1.3 sech[(£Z +
n*)'/?] [Fig. 6(a)]. We see that a nonlocal spatial optical
soliton can indeed form in the system and it is quite stable
during propagation. Note that solitons can be also generated
by using random initial conditions. Figure 6(d) shows the
spatial distribution of a soliton when it is created and prop-
agates a diffraction length of 5, for which the initial condition
used is of the form |u| = 14 0.05f, where f is Gaussian
noise [Fig. 6(c)].

The nonlocal spatial optical solitons found here can be
actively manipulated by actively tuning €2,, and o. Shown in
the panels (e), (f), and (g) of Fig. 6 are two-soliton, three-
soliton, and four-soliton solutions when they propagate to a
diffraction length of 5 (i.e., s = 5), obtained for (€2, 0) =
(10, 1.2), (15,1.4), and (18,1.8), respectively. Other multisoli-
ton solutions of the system may also be obtained.

IV. SUMMARY

In this paper, we have proposed a scheme for the real-
ization of optical pattern formation and spatial solitons via
a Rydberg-EIT. Through the use of a microwave dressing,
we have shown that the nonlocal Kerr nonlinearity of the
system can be manipulated actively and its magnitude can be
enhanced significantly. Based on such nonlocal and tunable
Kerr nonlinearity, we have demonstrated that a plane-wave
probe field can undergo MI and spontaneous symmetry break-
ing, and thereby various self-organized optical patterns may
emerge in the system. In particular, we have found that a
hexagonal lattice pattern, which appears after the MI when
the repulsive part of the nonlocal nonlinear-response function
is larger than its attractive part, may develop into several
types of square lattice patterns when the microwave field is
applied and tuned actively. Furthermore, through the MI the

-5 0
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§

FIG. 6. Formation and propagation of nonlocal spatial optical
solitons in the presence of the microwave dressing. (a) Initial
condition |u| = 1.3 sech[(£% + n*)'/?] at s = 0 (s = z/2Lgisr; Lairr is
diffraction length). (b) Spatial distribution of the soliton when prop-
agating to the position s = 5, by taking the normalized probe-field
amplitude |u| as a function of nondimensional coordinates & = x/Ry
and n = y/Ry (Ry is the typical transverse beam radius of the probe
field) for the microwave field €2,, = 10MHz and the nonlocality
degree o = 1. (c) Random initial condition |u| =14 0.05f (f is
a Gaussian noise) and (d) the soliton (generated by the random
initial condition) when propagating to s = 5. (e), (f), and (g) are
two-, three-, and four-soliton solutions when propagating to s = 5
for (2,,, o) = (10, 1.2), (15,1.4), and (18,1.8), respectively.

formation of nonlocal spatial optical solitons has also been
found when the attractive part of the nonlocal nonlinear-
response function is dominant over its repulsive part. The
optical patterns and nonlocal optical solitons discovered here
can be flexibly adjusted and controlled through the change
of the effective probe-field intensity, nonlocality degree of
the Kerr nonlinearity, and strength of the microwave field.
Our paper opens a way for a versatile control of the self-
organizations and structural phase transitions of laser light
based on microwave-dressed Rydberg gases, which may have
potential applications in optical information processing and
transmission.
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APPENDIX A: BLOCH EQUATIONS AND SOLUTIONS FOR DENSITY-MATRIX ELEMENTS

1. Explicit expressions of the Bloch equation for one-body density-matrix elements

The optical Bloch equation (3) for the one-body DM elements p,g(r', t) = (S, s(r', 1)) [84] reads

.0 . .
i Pn— L2020 — Qppi + 2,021 =0, (Ala)

(9 . . « «
1(5 + Fn)pzz —il23p033 = iT2ap44 + Qpp12 — Qepoy — Q21 + 2p3 =0, (Alb)

. a * ! e /
l(@ + F23>,033 + Qcp23 — Qupss + QL pa3 — Lpn + N, / VL — 1) o334, 1, 1) — pagaz (@, 1, 1)] =0, (Alc)

8 / e / / /
l(& + F24)P44 + Qupsa — S paz — Na f V5, — 0)ps a1, t) — paaas’,r,1)] =0, (Ald)

for diagonal matrix elements, and

.0
(15 + d21)/02l + Q,(p11 — p22) + Qlp31 =0, (A2a)

;2 * NS [ ,
(lE + d31>031 + Qepa1 + 2 pa1 — o1 — N, / dPrV5L(F = 1)p3 (1, 1)

- N / drV(r = r)pas s (' v 1) — Ny / dr'V5,(' —r)psaa (', r1) =0, (A2b)

. 8 * * ayN
(lE + d32)p32 + Qc(p2 — p33) — Q031 + 25,000 — N, / IV —1)p3 5, 1, 1)

Y / PV = Dpsan( 1. 1) — N, f PV — Do (1. 1) = 0, (A20)

] 8 ADN / /
<t§ + d41),041 + Qupst — ppaz — N / ’r'Viy (¢ = 1)pasar (¢, x, 1)

- N, f drV I —)ps (1) — N, f drVy I —r)pg s (1) =0, (A2d)

. 8 * S /
(lg + d42>p42 + Q32 — Qepaz — Lppar — Ny / dPrVi (' —1)pun, 1)

N, / PV —0)pys 10 — N, / PV — P)pss (1 1) =0, (A2e)

.0 X 5
<l5 + d43),043 + (33 — pag) — L par — N, / d3r’[V44(r’ —D)pauss3(r',x, 1) = Vi (' — r)p333(r, 1)]

- N, / ErVE —1)[p33.4300,1,1) — paa a1, 1)]

N, / PV — D pas s 1. 0) — pis a1, 0)] = 0, (A26)

for nondiagonal matrix elements, where d°r' = dx'dy'dz/, 'y = '3 + a3, and dpp = Ay — Ag + ivap(e, B=1,2,3, 4,0 # B),
with Ay =w, — (02 — 1), A3 = 0w, + w, — (w3 — 1), and Ay = 0, + w, + w, — (w4 — w;) the one-, two-, and three-
photon detunings, respectively. Here y,p = (I'y +1'g)/2 + y;;p with Ty = >, _4 Tap, Fap denoting the spontaneous emission

decay rate from the state |8) to the state |«) and y;;p representing the dephasing rate reflecting the loss of phase coherence

between |«) and |8).

From the left-hand side of the above equations, we see that, different from conventional EIT, there are many terms coming
from the Rydberg-Rydberg interaction. One class of them involves the van der Waals interaction between the two atoms located,
respectively, at positions r’ and r and excited to the same Rydberg state [i.e., Vi;(r' —r) and V;,(r' —r)]; the other class

a<p
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involves the direct nonresonant van der Waals interaction and the resonant exchange dipole-dipole interaction between the two
atoms excited to different Rydberg states [i.e., V§l4 (r' —r)and V5, (r' —r)].

Notice that, although the above equations describe the time evolution of the one-body DM elements p,4(r, t), they involve
two-body DM elements pyp ., (X', 1, 1) = (3'0,5 (v, t)S’W(r, 1)) due to the Rydberg-Rydberg interaction. Similarly, equations of
motion for the two-body DM elements (not shown here to save space) involve three-body DM elements, etc. To solve such
many-body problems, a suitable truncation for the infinite equation chain concerning many-body correlations is necessary, and a
self-consistent calculation beyond mean-field approximation is needed, which have been developed recently [86—89]. Based on
such an approach, we can solve the MB Egs. (3) and (4) by using an asymptotic expansion in a standard way.

Notice also that in these equations there exist two types of nonlinearities. One of them (characterized by terms like €27 031)
arises from the photon-atom interaction due to the coupling between the probe field and atoms, which results in local Kerr
nonlinearity if the two-photon detuning Aj is not zero [86-91]; another one arises from the Rydberg-Rydberg interaction
(characterized by terms involving the two-body interaction potentials V35, Vi,, V4,, and V%), which results in nonlocal Kerr
nonlinearity. It is the nonlocal Rydberg-Rydberg interaction that makes the Rydberg-EIT interesting and typical on the study of
nonlocal nonlinear optics.

2. Solutions for density-matrix elements

We are interested in stationary states of the system, and hence the time derivatives in the MB equations (3) and (4) can be
neglected (i.e., 3/9t = 0), which is valid if the probe, control, and microwave fields have large time durations. We adopt the
method developed in Refs. [86—89] to first solve the Bloch equation (3) under the condition of Rydberg-EIT. We assume that all
the atoms are initially prepared in the ground state |1).

Since the probe field is assumed to be weak, one can take 2, (~ €) as an expansion parameter, and pyy = 84,102 + €p{L) +
engx) + e, Pap = e,oliis) + 62,022; 4+, (B=1,2,3;0a =1,2,3,4; 8 < ). Substituting these expansions into Eq. (3) and

(m)

collecting coefficients of the same power of €, we can solve equations for p, 8 (m=1,2,3,...)order by order.

a. First-order solution

The first-order equation reads

* (1
do S 0 Pa1 -,
Q dn eV =] 0 (A3)
0 Q,  dy )] 0

Py

Its solution is given by P(i) =—(D,/D)2, = aéll)Qpa Péi) = —(du /D)2, = agﬁ)ﬂp’ and pz(ti) = (2,2:/D)2), = a‘(‘ll)QP
with D = dyD,, + d41|92.|", and

Dy = | |* — da1das. (A4)

b. Second-order solution
At this order, the solution of nonzero DM elements is given by ,o(%) = afx%‘2|52p|2 (¢=1,2,3,4),and ,ofﬂ) = aggm ,,|2 (=
4,3; B = 3, 2), where the coefficients agﬁ and afg can be obtained by solving the equation

)

0 iy 0 QF -2, 0 0 -Q Q Pg) 0
0 0 My -9 2 0 0 0 0]]e 0
* ) QoD _q ,@

0 —-Q. 0 0 0 QF 0 ds» 0 Py pP31 P
0 0 0 - 0 do 0 9, 0[] oy
0 Q —Q di 0 - 0 0 0 |]|p 0 : (A5)
0 -Q 0 0 0 0 Q 0 dp|]e? Qi —xpl?
0 0 0 0 - 0 dp 0 @@ Qo
0 < = 0 dj; 0 -Q. 0 0 o2 0

32

. (2)
11 1 0 0 0 0 0 0/, o3

with 3’ = (2510} — QP p3("1/(T12) = a3 12, .
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c¢. Third-order solution

The third-order solution for pg) reads

A Qe Na
o = 122, Z [ [Viap )+ Vo 00+ Viep, 0 r )
Q d41N /
+ /d3 ' 33p§§)31(r,r,t)+V§’4pﬁ?31(r r, t)‘*‘1)34:03441(1’ r,0)], (A6)
with
A= D,(a5) — a?) + duQeal) — Q220 (A7)

Results for pﬁ) and pﬁ) have similar forms, but are omitted here to save space.
Notice that for obtaining the solutions of pg) , pg), and p equations for some two-body DM elements pqp ,, must be
solved s1multaneously These two- body DM elements are nonzero starting at € order, so they can be assumed to have the form

Papv = € paﬁ w T e ,00[/3 uv T - Then we have the equation

M @ @, 0 0\ [P 0

o M, 0 @, 0|l —Q,04)

Q0 0 M o @l||leta|=| o | (A8)
0 @, Q@ My 0 Pﬁ)zl —Qp/)fd)

0 0 @ 0 M/)\P, 0

where M| = d3; — V33/2 My = doy + ds1, M5 = d41 + dz; — Vd — V§4, My = dy + dyy, and Ms = dyy — Vi4/2 The solution

reads ,0;21) gl = ((31) 51182p I (@, B = 2,3, 4), where a ﬁl are constants (their explicit expressions are omitted here).
With these results, the third-order equations of the two- body DM elements (Whrch are too length¥ and are thus omitted here)
can be solved, which have the solution of the form PS) buv = fjg W|Ql,(r DI p(r, 1), where a, v are functions of r’ —r.

Notice that, when solving the equations of the two-body DM elements, some three body DM elements are involved. To make
the equations closed, the method developed in Refs. [86—89] has been exploited to factorize the three-body DM elements into
one- and two-body ones.

Solutions of the equations of density-matrix elements above the third-order approximation can also be obtained in a similar
way. However, we can stop here since in this paper we are interested only in the Kerr effect up to third order Thereby, based on
the first-, second-, and third-order solutions given above, we may obtain the explicit expression of py; = ,o21 + ,o )+ p21) (by
setting € = 1).

APPENDIX B: EXPRESSION OF THE THIRD-ORDER Substituting the result of pp; obtained in Appendix A into
NONLINEAR OPTICAL SUSCEPTIBILITY AND THE the Maxwell equation (4), we obtain the envelope equation for
DERIVATION OF THE NONLOCAL NLS EQUATION 2,,, which has the form of the NNLS equation
The optical susceptibility of the probe field is defined by
x = N,(e- P12)p21/(€0€y). Based on the result in the Ap- IR, )
pendix A, we have x = x + [x,(:c) + X,ﬁ?o)c]|5p|2 [94], with i az F o~ 20, ViR + Wi, 'R,
the linear and local third-order nonlinear susceptibilities given
by Nl + /d3r/R(r/ —0)|Q,)*Q,r) =0, (B4
a1 _ a|p12| Dm
X = (B1)
GohD
@ _ Nalpo[*A @2 Where  Wi=Acp/D and  R() =Y, 5, Ry, +
loc eh’D Y a0 R, () with

respectively, where D,, and A are given by (A4) and (A7). Due
to the Rydberg-Rydberg interaction, the system also supports

the nonlocal third-order nonlinear susceptibility R;(r) =« 129cd41/\/;61g),31(1’)V§3 (r)/D,
(3)

Xnoc Ry (r) = k2R Q2uNoaly) ,, (1) V3, (r)/D.,

./\/2|P12| Q. &r {din[a) 3 Vi +a) Vi +al), V] 40 = kN [0 a® L g Y

Tl D 3331 V33 T a45.31 V3a a3 41 Vay R, (r) = kn QN[ Quasy 4, (1) — daagy) 5, (0)]V5,(x)/D,
3 S 3 3 e e e
— Qulal) y Vis + a5 Vi + a5 Vi) (B3)  R4(r) = =k QN [Quall) 5, (1) — dua$y ,, (1)]V5,(x)/D,
) B5S

where V), =V, (t') (I =s.d.e)and @, , = al) (. 1). (BS)
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which are contributed by Vi;, V5, V4, and V5, respectively.
The coefficient W, characterizes the local self-phase modu-
lation and the nonlinear-response function R(r) characterizes
nonlocal self-phase modulation of the probe field.

For simplicity, we assume that the probe field is slowly
varied along the z direction, so that a local approximation in
this direction can be made for the nonlinear-response function.
Then Eq. (B4) is reduced to

082, c

— P2 4+ V2Q, + W 2,°Q
laz +2wp 182, + Wi,17€2),

+ / d*r'G(r —r1)IQ,(r, DI’ Qy(r1,2) =0, (B6)

where r, = (x,y), d?r = dx'dy’, and the reduced nonlo-

cal nonlinear-response function reads G(rp) = G3;(r.) +

Gi(ry)+ G§’4(l‘¢) + G54(r ), with G([x/s(ri) = ,/‘R(lx/g(r)dZ
({aB} ={33,44,34}; 1 = s,d, e).

Equation (B6) can be written into the dimensionless form

ou

—

as
+ / d*¢RE - Ou@ )PuE,s)=0,  (B7)

+ ?iu + wi|ul*u

where u=Q,/Uy (Uy is the typical half Rabi fre-
quency of the probe field), s = z/(2Lgirr) (Laisr = a),,R(z) /c is
the typical diffraction length), w; = 2U02LdiffR(2)W1, 9?(2 F—
£) = 2LanUSRSGI(E' — §)Rol, Vi = 87 /08% + 0% /on?, { =
(&,n) = (x,¥)/Ry (Ry is the typical transverse radius of the
probe beam), and d*¢' = d&'dy’.

APPENDIX C: GROUND-STATE ENERGY ANALYSIS ON
THE HEXAGONAL AND SQUARE LATTICE PATTERNS

Here we make a detailed analysis to illustrate the reason
why the system supports only the hexagonal, type-I, and type-
II square lattices due to the breaking of continuous transla-
tional and rotational symmetries, found in the parameter range
we used. To this end, we assume that the solution of the NNLS
Eq. (8) is a superposition of many Fourier modes, i.e.,

N
u@) =y A;ePe, (1)
j=1

where B; = (B, B2,) are nondimensional wave numbers, and
A;j (j=1,2,...,N) are complex amplitudes (order param-
eters) which are functions of s, &, and n when the Kerr
nonlinearity of the system plays a significant role.

Because the system has a rotation symmetry, generally N
can take a very large value. However, due to the joint action
of the Kerr nonlinearity and diffraction, the system undergoes
MI for some wave numbers and hence symmetry breaking, by
which only several modes are kept at the end. To see this, we
assume all the modes in (C1) are unstable ones, and satisfy
| B i| ~ B where B, is the first wave number of the unstable
band of the MI [e.g., in the shadow regions of Fig. 3(a)].

Any complicated periodic pattern is made of the most pe-
riodic basic pattern, i.e., an array of parallel stripes (or called
rolls). For example, a square lattice pattern is made of two

OCOE

FIG. 7. Schematic diagram of the nondimensional wave vectors
B ; for different optical self-organized structures. (a) Parallel stripes.
(b) Square lattice, for which 31 . Bz = 0. (c) Hexagonal lattice, for
which B; + B> + B3 = 0. All the wave vectors have the same module
(e., |B | & Ber: Ber is the first wave number of the unstable band of
the MI).

kinds of parallel stripes with equal amplitudes but different
orientations (the angle difference between the directions of
the two kinds of parallel stripes is 90°); a hexagonal pattern is
made of three kinds of parallel stripes with equal amplitudes
but different orientations (the angle difference between any
two kinds of parallel stripes is 120°).

Shown in panels (a), (b), and (c) of Fig. 7 are nondi-
mensional wave vectors for the parallel stripes, square lattice
(for which ,31 ~,32 = 0), and hexagonal lattice (for which
,1731 + ,1732 + ,4733 = 0). Note that here all the wave vectors have
the same module (i.e., |B il & Bers Ber 18 the first wave number
of the unstable band of the MI).

In order to determine which lattice pattern arises first under
given system parameters, we consider the total energy of the
system:

E= / ¥ u(E. s)Pd%
1 o o o N
+3 f / R — D@, )P |uE’, )I*d*¢'d*c.  (C2)

Note that the response function N has an imaginary part,
which, however, is very small due to the EIT effect and hence
is negligible in the calculation below.

For the hexagonal lattice pattern, we assume the solution
of the NNLS equation (8) has the form

u=pe?e, (C3)

3
p=po|l+ Z(Dj et tcce) |, (C4)

j=1

where py = A% u = — [ R(£)d*¢; D; (j = 1,2, 3) are com-
plex constants called modulation amplitudes; the wave vectors
B; fulfill the condition ) 4 B, + B3 = 0 with || = |8| =
|B3] = B.:- Note that for obtaining the solution with minimal
energy the phase ¢ must be homogeneous (i.e., a real constant)
[95,96].

Inserting (C3) and (C4) into Eq. (C2) and expanding D;
in Taylor series, we obtain the energy of the system for the
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FIG. 8. Ground-state energy for cases of hexagonal and square
lattices. (a) Ground-state energy E as a function of modulation
amplitude D, with parameters S, = 4.3, Iy = 15, @, = 10 MHz,
and o = 1. The solid red line (Epe) is for the hexagonal pattern;
the dotted blue line (Esq,) is for the square pattern. (b) The same as
(a) but for B, = 4.3, I,z = 25, 2,, = I5MHz,and 0 = 1.

hexagonal lattice:

3
1 3 * Tk Yk
Eriex=poB3V | 5 D_(D;P+1D;1) = (D1D2Ds +DiD3 DY)

j=1
+2(|D112|D2)* + D1 *|D3* + 1D2|* D5 )

3

1, .
+5 pgVH(Ber) Y ID;I + high-order term, (C5)
j=1

where $(B.) is the value of the response function % in
momentum space for B = B, and V = [ d*¢ is the volume
of the system. The ground-state energy can be acquired by
solving the equations dEye/0D; = 0 (j = 1, 2, 3). Then, we
obtain its expression

Enex =poV BL[2(D* — D*) + D" + 3V pi$t(Ber)D?
(C6)

for Dy = D, = D3 = D. The ground-state energy for the
square lattice pattern can be obtained in a similar way, which
reads

Esqu =V poBa(D* +3D") + Vpogi(Be)D?.  (CT)

Shown in Fig. 8(a) is the ground-state energy E as a func-
tion of modulation amplitude D, with parameters B, =4.3,
I = 15, 2,, = 10 MHz, and o = 1. The solid red line in the
figure is for the ground-state energy Eyex of the hexagonal
lattice; the dotted blue line is the ground-state energy Esqy
for the square lattice. We see that the minimal energy
of the system occurs at D = 0.32 (where Evin = Efex.min =
—0.78x10%), which means that the hexagonal lattice pattern is
preferred to emerge in the system. The case shown in Fig. 8(b)
is similar to Fig. 8(a), but the parameters are taken as B, =
4.3, L = 25, and 2, = 15 MHz. We see that in this case the
minimal energy of the system occurs for D = £0.28 (where
Enin = Esqumin = —0.81x 10%), which means that the system
favors the emergence of the square lattice pattern. These
results are consistent with the ones found in Figs. 4 and 5.
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