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Photocontrol of magnetic structure in an itinerant magnet
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We study the photoinduced magnetic transition in an itinerant magnet described by the double-exchange
model, in which conduction electrons couple with localized spins through the ferromagnetic (FM) Hund
coupling. It is shown that intense light applied to the FM ground state induces an antiferromagnetic (AFM)
order, in contrast to the AFM-to-FM transition due to the photocarrier injection. In particular, we focus on the
mechanism for instability of the FM structure by the light irradiation. The magnon spectrum in the Floquet
state is formulated on the basis of the perturbative expansion of the Floquet Green’s function. The magnon
dispersion shows softening at momentum (s, ) in the square lattice with increasing the light amplitude,
implying photoinduced AFM instability. This result is mainly attributed to a nonequilibrium electron distribution,
which promotes low-energy Stoner excitations. The transient optical conductivity spectra characterized by
interband excitations and Floquet sidepeaks are available to identify the photoinduced AFM state.
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I. INTRODUCTION

Ultrafast optical control of magnetism has attracted much
interest in the past two decades, accompanied by rapid
progress in laser light technologies [1-3]. After the pioneer-
ing work on the ultrafast demagnetization due to the rapid
spin-temperature increase [4], various strategies to control
magnetism have been proposed and demonstrated. Among
them, photoinduced phase transitions involved with magnetic
phase transitions make it possible to control magnetism in
picosecond or femtosecond timescales owing to the multi-
ple degrees of freedom of electrons and strong correlation
between them [5-7]. Another approach called the Floquet
engineering is known as an efficient technique to control
the electron-electron interaction directly and nonthermally
using a time-periodic field [2,8—10]. Many proposals for novel
Floquet states and related phenomena have been made along
this direction [11-28].

One of the prototypical ferromagnetic (FM) interactions
in metals is the double-exchange (DE) interaction. This was
originally proposed by Zener and Anderson—Hasegawa for
FM oxides in the 1950s [29-31]. An essential element of the
DE interaction is a strong intra-atomic exchange interaction
between mobile electrons and localized spins, which favors
the FM configuration. Therefore, the electronic transport and
the magnetism strongly correlate with each other in the DE
systems. This correlation has been ubiquitously observed not
only in the FM oxides but also in magnetic semiconductors
[32,33], f-electron systems [34], and molecular magnets
[35], and has described a number of phenomena such as the
colossal magnetoresistance [36,37], the anomalous Hall effect
[38—41], and skyrmion physics [42,43].

Photoinduced dynamics in the DE system has also been in-
vestigated experimentally [44-54] and theoretically [55-61],
in particular, in perovskite manganites. Most of those studies
have focused on the photoirradiation effects in insulating
phases with an antiferromagnetic (AFM) long-range order,
and showed formation of a metallic FM domain or an increase
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in the FM correlation. These experimental observations are
well interpreted by extension of the DE scenario; photoin-
jected carriers mediate the DE interaction even though the
system is out of equilibrium.

In this paper, we study the photoinduced nonequilibrium
dynamics in the DE model. In Ref. [62], the authors have
numerically demonstrated that an initial FM metal state is
changed to an almost perfect Néel state by photoirradiation,
which is in sharp contrast to the naive DE scenario in equilib-
rium states. In order to elucidate the microscopic mechanism
that drives the FM state into the AFM state, here we study
the magnetic structure in a continuous-wave (cw) field by
using the Floquet Green’s function. We show that a magnon
dispersion is softened and has a dip at momentum g = (7, )
by the photoirradiation, which indicates that the AFM insta-
bility develops at finite threshold intensity. It is revealed that a
nonequilibrium electron distribution plays an essential role to
induce the instability. We also calculate the transient optical
conductivity spectra in a nonequilibrium state through the
real-time simulation, and show that an interband-excitation
peak and Floquet sidepeaks appear in the transient and steady
states.

This paper is organized as follows. We describe our formu-
lation including a model Hamiltonian and numerical methods
in Sec. II. Section III consists of two parts: first we show
the results of the real-time dynamics in Sec. III A, and then
show the magnetic excitation spectra in the photoirradiated
FM metal by using the Floquet Green’s function in Sec. III B.
Section IV is devoted to a summary.

II. FORMULATION

First, we introduce the model Hamiltonian and the Floquet
Green’s function method in Secs. II A and IIB. Next, we
derive expressions of the response function in Sec. I C, which
is used in the real-time simulation given in Sec. IID to
evaluate the transient optical conductivity.

©2018 American Physical Society
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A. Model
We adopt the DE model defined by the Hamiltonian

J
H = ZhijCjSst o E Z Si '(TM'CLC,'S/, (M

ijs iss’

where cjs (cis) is a creation (annihilation) operator of a
conduction electron with spin s (=1, |) at site i, S; is
a localized-spin operator with magnitude S, and ¢% (o =
X, Y, z) are the Pauli matrices. The localized spins are treated
as classical vectors in the calculations for the real-time dy-
namics, and the quantum operators in the Floquet Green’s
function method. The first term (Hy) represents the hopping
of the conduction electrons with the transfer integral 4;;, and
the second term (H’) represents the Hund coupling between
the conduction electrons and the localized spins with the
coupling constant J (> 0). The total number of sites and that
of electrons, and the electron density are denoted by N, N,,
and n, = N,/ N, respectively. Static and dynamical properties
in equilibrium states in the DE model have been intensively
studied to date, and the FM metallic phase is realized in
a wide parameter range J 2 4 and n, < 0.8 [63]. A vector
potential A of light is introduced as the Peierls phase as h;; +—
hijexplieA(t)(r; — r;)/h], where t represents time, r; is a
position vector at site i, and e (<0) is the electron charge.
We adopt the cw field for which the vector potential is given
by A(t) = (Fo/2)sin(2t), where Fy and Q =2x/T are
amplitude and frequency of the electric field, respectively. In
the real-time dynamics shown in Sec. III A, we turn on the cw
field at + = 0. In the Floquet Green’s function method based
on the Keldysh formalism, the cw light is always applied to
the system. The calculations for a pulse field are presented
in Ref. [62]. We consider the two-dimensional square lattice
with the lattice constant a. The transfer integral 4;; is given
by h;j = —h (<0) in the nearest-neighbor bonds and /;; = 0
in the others. Energy and time are measured in units of A
and 71/ h, respectively. From now on, the nearest-neighbor
hopping amplitude /4, the reduced Planck constant 7, the
electron charge e, and the lattice constant a are taken to be
unity.

In order to carry out a perturbative expansion which will
be introduced in Sec. II B, in which the localized spins are
treated as the quantum spins, we rewrite the Hamiltonian by
the Holstein-Primakoff transformation for the localized spin
operators as

T
a; a;

Sf:S—aja,-, a;,
28

St=() =v285/1 - ()

where aiT (a;) is a creation (annihilation) operator of a magnon
at site i. Up to the leading order in 1/S, the Hund coupling
term of the Hamiltonian is written as

J
H' = =5 Y l(chen = clyei)(s —ala)

+\/28(C:TC,'¢CZ§ +C3-L\LC,'¢(1,‘)]. (3)

By introducing the Fourier transformations for the electron
and magnon operators,

1 ikrs 1 ikr
s=—=) € ey, ax=—7) e"Ma;, (4)
we redefine Hj as

Hy=>)" Eks ChyChs- &)
ks

The electron band &, is defined by ez, = e — J sgn(s) — u
including the chemical potential u, where ¢ and sgn(s) are
given by

e = —2(cosky + cosky), (6)
and
sgn(s = 1) =+1, sgn(s =) =—1, (N
respectively. Equation (3) is also rewritten as

J .
r_ t +
H =N § Ohca kg SEN(S)Ch gy
kk'qq's

[ 2
—J SN Z (c,tTckJr”a; + c,tick,ﬁaq), ®)
kq

where the first and second terms, respectively, termed H|
and Hj, originate from the longitudinal term (S*¢’*) and the
transverse terms (S0~ + $Y¢”) in the Hund coupling.

The system before light irradiation is assumed to be a fully
polarized FM state in which all of the conduction-electron
spins and the localized spins are directed along the +z direc-
tion. The initial state wave function is given by

exr <0

(W) = [ eky10). ©)
k
where |0) is a vacuum for the electrons and magnons.

B. Floquet Green’s function and self-energy

In this section, we introduce the Floquet Green’s function
and derive a magnon self-energy using the perturbative ex-
pansion with respect to the Hund coupling. This method is
based on the Keldysh formalism, which is briefly summarized
in Appendices A and B.

We define the full and bare contour-ordered Green’s func-
tions for the electrons as

G (1, 1) = —i(Toeks (t)eh (1), (10)
Gis(t.1') = —i (Tecus (1)l (1), (11)
and those for the magnons as
Dy(t,1") = —i(Teag(t)a) (1), (12)
Dy(t, 1) = —i(Teaig (taf, (1), (13)

respectively, where (---) = (Wy|---|Wy) represents the ex-
pectation value with respect to the initial state in Eq. (9).
The operator with the subscript “I” is the interaction-picture

214408-2



PHOTOCONTROL OF MAGNETIC STRUCTURE IN AN ...

PHYSICAL REVIEW B 98, 214408 (2018)

operator, whose time evolution is governed by the noninter-
acting Hamiltonian Hj. As mentioned in Sec. II A, the time-
dependent vector potential A(z) is introduced in the transfer
integral as the Peierls phase, which causes a momentum shift
in the energy band: &x > &x_4(). The time periodicity of
A(t) allows one to introduce the Floquet representation of
the two-time Green’s function, called the Floquet Green’s
function, as

! dta > i(w+mQ)t—i(w+nQ)t’ 1
Gmn (CL)) = e dtr e G([, t )s (14)
0 T —00
®©d . .
Gu.th)=Y / 2L prinQa pilet /290 G (1), (15)
—~ J_ 2

where t, = (t +t')/2 and t, =t — t’. Note that Egs. (14) and
(15) are applicable to any two-time function. The inverses of
the bare Green’s functions including a bath self-energy are
given by

(gllc{swil)mn(w) = Sm"[w+n9+‘] sgn(s) + 1% + lr] - émn,k,

(16)

(G, (@) =28l = 2f (@ +nDIT,  (17)

for the retarded and Keldysh Green’s functions of the elec-
trons, respectively. Here we introduce coupling strength
between the system and the bath, ' (>0), and the
Fermi-Dirac distribution function given by f(w) = 1/(® +
1) with inverse temperature 8. We also define &, =

7! fOT dt e!m=mS g, 4, which is explicitly written as
Emnk = —2Tm—n(Fo/S2)(cos ky + cosky) (18)
form —n = 0 mod 2, and
Emnk = =20 Tm—n(Fo/Q)(sinky + sink,) (19)

form —n = 1 mod 2, assuming linearly polarized light along
the diagonal direction in the square lattice as Fg = (Fp, Fp).
The function 7, is the nth-order Bessel function of the first
kind.

First, we consider the longitudinal component of the Hund
coupling, H{, and derive the contour-ordered self-energy X,
from the first-order expansion of the S matrix defined by

Se¢ = Tcexp [—i / dt HI/(I_):|, (20)
c

where H{(t) = Hj,(t) + H},(t) is the perturbation in the in-
teracting picture. The result is obtained as

(@, t)— v ZSgH(S)gks(l Déc(t, 1), 2y

where 8¢ is the contour delta function, and #'* means the time
that is infinitesimally later than ¢’ on the contour. The corre-
sponding diagram is shown in Fig. 1(a). We notice that X,
is instantaneous and independent of the external momentum.
The off-diagonal components, 2112 and 212], vanish because

(@) ks (b) k7
q q
___.(__ __.(___
q /” ~~s q
/“ . k+q]

FIG. 1. The self-energy diagrams for (a) the longitudinal compo-
nent X(z, t') in Eq. (21) and (b) the transverse component X, ,(t, t')
in Eq. (26). Solid and dashed lines represent the free propagators of
the electron and magnon, respectively.

of 8c(t,t'"), while the diagonal components are given as
follows:

=t = %NJ > sen()Gu (' DI+8(t — 1)
ks

—iJ
=8(t —t)—— ) sgn(s)G(t, 1), (22)
SN ; k
_'_]
B2 1) = o5 D sen)GE (@ Dl=8( = 1)
ks

=-x/'¢, 1), (23)
with £ =t +0. Thus, the retarded component of %; is
given by

R ) =< (21“ TP+ -3P)

=8t —1 )— Z sen()Gg (. 1), (24)

The Floquet representation of the retarded self-energy, which
is termed the Floquet self-energy, is obtained from Eqgs. (14)
and (15) as

() = 5y o) [ 5

As for the transverse component of the Hund coupling,
H}, the contour-ordered self-energy %, is obtained from the
second-order term in the S matrix as

) 2;12
Tog(t, 1) = - ngm(t )G (', 1) (26)

(gkg)m nO(w) (25)

The corresponding diagram is shown in Fig. 1(b). In a similar
way to Eq. (24), the retarded self-energy is given by

P T2

J
B ) = —o Z[ka(t G (1, 1)

+ g, 1, 1G], 27

and the corresponding Floquet self-energy is obtained as
LYy e
ko1 YT 2

X [(g}}wi)m,nﬂ(w + C7))(gllc<ﬁ)1,0(‘b)
+ (Frg )i (@ + )(Giy) (@] (28)

( 2 ‘I)mn(w)
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Finally, the total Floquet self-energy of the magnon is ob-
tained as

(Zg) @) = (T

The full magnon Green’s function D}; is given by the Dyson
equation:

)mn (a)) + ( 2 ‘I)mn(w)' (29)

(D) (@) = (Dg ), (@) = (29),,, (@), (30)
where the bare magnon Green’s function is given by
(D3, (@) = 8pn(@ +nQ +iT). (31)

In the numerical calculations, the dimension in the Floquet
space is limited to 2N, + 1, and the Floquet indices run over
{0, £1,..., £N,}.

We show that the Floquet self-energy in Eq. (29) at Fy = 0
and I' — 0 coincides with the equilibrium self-energy given
in Ref. [64]. The bare Green’s functions are obtained from
Egs. (16) and (17) as

(Smn

R — _ A *
(G ) () = 0+nQ+in— e (Gis) (@)™ 32)
(Gr,),,, (@) = =27i8uu[1 — 2 f (@ + nQ)]8(w + nQ — &xs),
(33)
(Gis),,, (@) =27 i8y, f (@ + n)8(w + nQ — &x),  (34)

where 7 is a positive infinitesimal. The retarded self-energy
R in Eq. (25) is expressed as

=R =(2)),, (@ —n)

;lNJ sgn(s) / —2mf<w>8<w—sks)

(35)

_N Z[f(EkT) — flery)].
k
As for the self-energy X in Eq. (28), the contour integral in
the complex @ plane gives the following expression:
3, (@) = (z§q) (0 —nQ)

Z f(5k¢) f(€k+q¢)
TSN — (ktq — €kt) +2in

(36)

Therefore, the retarded self-energy for the magnons takes the
following form:

(@) = I + 23, (@)
J
=N f(Skr) — f(ektqy)]
x [1 + 2J } (37)
— (ktqy — €k1) +2in ]

which is in agreement with Eq. (6) in Ref. [64]. We note
that Re ER _o(w = 0) = 0, which ensures the presence of the
gapless mode at ¢ = 0 up to the leading order in 1/S.

C. Response function
In this section, we derive general expressions of two-body
response functions, following the formalism for the optical
conductivity that was presented in Ref. [65]. Let us consider a
response of a one-body operator defined by

0% (1) =Y 0%, (v (38)
Y

to an external field f“(z). Here, w; is a creation operator
of a fermion with quantum number v and o represents a
physical index such as the Cartesian coordinate @ = x, y, z
and momentum transfer « = ¢. The coupling Hamiltonian is
given by

Vext(t) = = Y Fuu(OW 9y,

7y

(39)

where F is a functional of the external field f. A response
function (susceptibility) is defined by a functional derivative:

5(0%(1))
SfE@)

The expectation value (O%(¢)) is written in terms of the lesser

Green’s function G (¢,1) = 1(1//j(t’)1//ﬂ(t)) for fermions as

iy

Xep(t, 1) = (40)

(0%(t)) = —i ZO“ ()G, (t,1). 41)

The derivative of Eq. (41) with respect to the external field
FE(t") yields

Xap(t. 1)) = XS5 (0. 1) + x5g (1, 1), (42)

1a a‘)() <

X8, 1) = lZ 8f§(t)GW(r,t), (43)
., RCRD

Xt t') = zZO,w() fﬂ(,), (44)

where x4 and xP™ describe the “diamagnetic” and “param-
agnetic” responses, respectively. We consider the full Green’s
function given by
A—1 N _ A—
Gl i) =G,

L, 1)+ 028t — t)Fu(t) — S, (t, 1)

(45)

with Q;J (t,t") = 6,,0%8(t —t')(id; —&,) being the bare
Green’s function. The derivative in Eq. (44) is expressed as

anu(t’t)_ R K)\,() < -
S~ 2 ore e
S8 F«
+G:K<t,r)5fﬁ*((,))GA( )], (46)

where we take the variation of the Dyson equation [Eq. (A10)]
with respect to f and neglect the vertex correction which
arises from 8 X /8f# [65-70]. The explicit forms of 0,,, and
Fuv are required for further calculations. However, in most
cases, the coupling F(#) depends only on the external field
FB(t') at time ¢/ =7, i.e., 8F([#)/8fP ()  8(f —t'), which
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leads to
22 (t, r)_zTr[oa(t)GR(z 9] (t)G <, 1)
o aff (1)
F(t')

+ 0*(t)G=(t, t’) G, t)i|, 47)

AfF(t)
where the indices for the quantum numbers are omitted and
Tr denotes the trace over the quantum numbers. The retarded
and advanced Green’s functions in Eq. (47) guarantee the
causality: xP™(¢,t") o 6(t — t').

We consider the optical conductivity for an example, which
is defined by a response of the electric current density j =

(j*, j¥) to the electric field F = (F*, F”) as
Gy =y / di oup(t, DFP(T) (48)
/3 —00
=> f df xap(t, D)AP (), (49)
,B —00

where y is the current susceptibility, satisfying the relation

Uaﬁ(tv[,)z—/oodt_)(aﬂ([»t_) (50)

The optical conductivity at time f,, oug(®, f,), is obtained
from the Fourier transformation of the two-time function
oq(t, t") in Eq. (50) as

Oup(@, 1) = / dt, e o,p(t, 1) (51)

o0

The current density and the coupling Hamiltonian between the
vector potential and the electrons are given by

O 1 o ]
JE) = N ; Vk—A(0).5 Chs Ches (52)
Vext(t) = Z(gka(t),s - €k,s)CLCks, (53)

ks
respectively, with vy, = dxeg,. Then, ijv and }"I‘jv in
Egs. (38) and (39) are identified as

es.k's (1) = O sy Vi_ a5/ N, (54)
Frsi's (1) = =8 855 (Ek—aqr).s — Eks)> (55)

respectively. The derivatives with respect to the vector poten-
tial are given by

804wy @ 1 9%
ks.k's K A().s
b = O — Dby o — o (56
SAP() (0= des s (56)
kas,k's’(t_) _ , P
W = 8([ —t )Skk/Sm/ vk*A(z"),s' (57)

By substituting these equations into Eqs. (43) and (47),
and using relations G2 (¢',t)* = GR (¢t,t)and G=, (¢, t')* =

v Vi 3

— Gjﬂ (t', t), we obtain

dia N / i a Ek—A(1),s
Xaﬁ(l‘,l)—S(I—I)N%:WG,“,”U 1) (58)

and

pm N — _E o R NGB (+NC<(+
Xaﬁ (t’ t ) - N ImTr[U (t)G (t7 t )U (t )G (t ’ t)]v
(9

respectively, where the trace stands for summations over the
momentum and spin variables. Note that Eqgs. (58) and (59)
hold even if the Green’s function has off-diagonal components
in the momentum and spin bases. Thus, these are straightfor-
ward extensions of the expressions in Ref. [65].

D. Real-time evolution

In this section, we present the numerical method to calcu-
late the real-time dynamics. A part of this was introduced in
Refs. [60—62]. We treat the localized spins as classical vectors,
which is justified in the limit of large S. Let us suppose
that the localized spin configuration {S;} is given at time ¢.
Then, the Hamiltonian in Eq. (1) at time 7 is diagonalized as
H(t) =Y, &,(t)pl(t)p, (1), where ¢! is a creation operator
of the electron with the single-particle energy ¢,. The wave
function of the electrons at time ¢ is described as a single
Slater determinant given by |W(¢)) = ]_[C];l Yi()|0) since
there is no many-body interaction. The creation operator
is represented by

2N
Yl =Y ol (@), (60)

pn=1

where the unitary matrix u,,(t) = (0|¢M(t)¢j (1)|0) satisfies
the initial condition u,,(t = 0) = §,,. Note that both ¢, ()
and v, (¢) are the time-dependent operators in the Schrédinger
picture, because the localized spin configuration {S;(¢)} de-
pends on time. When we assume that {S;(¢)} is fixed during
a short time interval [z, ¢ + 8¢], the unitary matrix u,,(?) is
given recursively by

2N

U+ 80) = Y (1l + 8D P u (1), (61)
r=1

where |A(1)) =¢i(t)|0). The time step 8¢ in the present
numerical calculations is chosen to be much smaller than
the timescales of i, J, and 2. The expectation value of a
one-body operator O(t) = le OW(I)¢L(t)¢V () is given by

N, 2N 2N

DX D w00 @un ). (62)

r=1 p=1v=1

(0@) =

The dynamics of the localized spins is described by the
Landau-Lifshitz-Gilbert (LLG) equation,

aS;

eff
o7 =h;" X

aS;
Si +aS; x o (63)
where hS"(1) = —(0H(1)/08;) = (J/8) Y., (0 el cig) s
the effective field, and « is the damping constant. The local
spin configuration at time ¢ + &t is calculated with the fixed
effective field hfff(t) for which the LLG equation is solved
analytically [60].
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In order to calculate the optical conductivity, we introduce
the retarded and lesser Green’s functions in this formalism as
follows:

GR(t,, 1,) = —i0(t, e o, (64)

G:(tra ;) =iny(t, )efis\,(t,,)tr. (65)

Here, we define ., =t —1+¢ and ¢, = ¢, rather than ¢, =
(t +1')/2, to reduce the computational cost, and n,(t,) =
(¢>I ()9, (t,)). The function 6(t) is the step function. These
Green’s functions are reduced to the equilibrium ones
[Egs. (A15) and (A17)] in the absence of the external field.
The Green’s function in the momentum space is given by

Gy (rs1a) & Z(kSIV(ta))Gf(tr, ta)(v(ta)|K's") - (66)

v

for X = R and <, where |ks) = c,ts|0). We assume that each
single-particle level ¢, and its occupation n, are independent
of ¢, for simplicity. This function G, y's has the off-diagonal
components in the momentum and spin bases, because of
breakings of the translational symmetry in the real space
and the rotational symmetry in the spin space. We obtain
the optical conductivity oug(w, t;) by using Egs. (51), (50),
(58), and (59) with the Green’s function in Eq. (66). The
computational time scales as O(N 3), which is much faster
in a nonequilibrium or inhomogeneous system described by
a bilinear Hamiltonian than that of a direct evaluation of an
extended Kubo formula [56-59].

III. RESULTS
A. Real-time dynamics

In this section, we show the real-time dynamics obtained
by the method introduced in Sec. IID. We adopt the two-
dimensional square lattice with N = 16 x 16 sites, which
is much larger than that in Ref. [62]. The periodic- and
antiperiodic-boundary conditions are imposed along the x and
y directions, respectively. The electron number density is set
to n, = 0.5 (quarter-filling), which provides a FM metallic
state in the ground state at J = 4. The polarization of the cw
field is taken to be the diagonal direction, i.e., Ff = Foy = Fp.
The amplitude and frequency are set to Fp =2 and Q2 =1,
respectively. The magnitude of the localized spin is taken to
be |S;| = S = 1. We chose numerical values of the Gilbert
damping constant & = 1 and the time step 8¢ = 0.005. We
introduce initial fluctuations to the localized spins; the polar
angles are uniformly distributed in [0, §6] with 66 = 0.1 rad
in the initial state [60-62].

The real-time dynamics induced by the cw field is shown
in Figs. 2(a)-2(d). We present the single-particle energy levels
&y, their occupation numbers n, = (¢I¢V), the spin structure
factor defined by S(q) = N7}, €'477"/)S;.S, the Drude
weight Re o, (0), and the optical conductivity Re o, (w), as
functions of time ¢. Figure 2(e) shows the optical conductivity
averaged during ¢ = 900 and 1000.

In the initial state before light irradiation (¢ < 0), the FM
metallic state is realized due to the strong Hund coupling. The
lower (major-spin) and upper (minor-spin) bands are centered
at £J, and the lower band is filled up to ¢, = —J = —4.

=
” \ (m.7)
—-——=(0,0)
e e -
< (©)
3?2 I ]
g0
ERAVRTR L | _
14 : : 0.2
121 (@ 1
]() - ES I U R LI
1 01
R —
3 6F 1 ”hwh‘m\n‘,'}‘ OOE
4l 1 &
2t + -0.1
0 -
-0.2

0 5 10 100 1000

Re T (w)

FIG. 2. (a)~(d) Time profiles of several physical quantities in
the real-time dynamics. (a) The single-particle energy levels ¢,
and the occupation numbers n,. (b) The spin structure factor S(q)
at ¢ = (0,0) and (7, ). (c) The static component of the optical
conductivity, o,,(w = 0, ). (d) The optical conductivity spectrum
oy (w,t). The amplitude and frequency of the cw field are set
to Fy =2 and Q = 1, respectively. (e) The time-averaged optical
conductivity. The spectra o,,(w, t) for Q = 0.5, 1.0, and 1.5 are
averaged during r = 900 and 1000. We chose F;/Q2 =2 and J = 4.

In an early stage after turning on the cw field, 0 < ¢ < 30,
the localized spin structure and the electron band structure
remain unchanged. The electron momentum distribution is
shifted by A(#) in the momentum space, which results in
coherent oscillations in 7, and Re o, (w = 0) with a period
of 27 /(22) = 3.14 [see Figs. 2(a) and 2(c)]. Then, the FM
order characterized by S(0, 0) is gradually weakened and the
Drude weight diminishes in 30 < ¢ < 100. Subsequently, the
AFM order characterized by S(rr, ) develops until ¢ =~ 400.
The detail of transient spin structure is discussed in Ref. [71].
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Finally, the system reaches the AFM steady state, where the
electrons almost uniformly fill the lower band as shown in
Fig. 2(a). In the optical conductivity shown in Figs. 2(d) and
2(e), the interband transition peak and its Floquet sidepeaks
appear at w = 2J and w = 2J £ nQ (n = 1, 2), respectively.

The emergence of the AFM steady state is understood in
terms of the energetics of the FM and AFM states; when
we assume the ideal FM or AFM spin configuration and the
uniform electron distribution in the lower band, the AFM state
has a lower energy than the FM state in a wide range of
J and n,. Details are presented in Ref. [62]. A microscopic
mechanism of the FM-to-AFM transition and the origin of the
polarization dependence [see Figs. 2(d)-2(f) in Ref. [62]] are
addressed in the following section on the basis of the Floquet
Green’s function method.

B. Magnon spectra in photoirradiated FM metal

In this section, we study the magnetic and electronic ex-
citations in the photoirradiated FM metallic state. We show
the time-averaged spectral functions of the magnons and
electrons, which are obtained from the Floquet Green’s func-
tion method as follows. First, we define the inverse of the
bare electron Green’s functions (g,f;_l)m,,(a)) in Egs. (16)
and (17), and compute (g,fs)mn(a)). Then, we solve the
Dyson equation in Eq. (30) for the magnon Green’s function
(D )mn(w) with the retarded self-energy (E)mn(w). The
dimension of the Floquet space is set to N, = 8-16, for
which we have numerically confirmed the convergence. The
positive constant I" and the inverse temperature 8 introduced

(0,0) (m,0) (m,m) (0,0)

®
=
43
%
—2$
=
38
—4
6
5
k
t 3
3 E
E
2
1
0

FIG. 3. The time-averaged spectral functions of (a) the spin-up
electrons and (b) the magnons in the cw field with Fy = 0.8 and
€ = 1. Solid and dashed curves in (b) show the low-energy magnon
dispersions obtained from Eq. (67) in the absence and presence of the
field, respectively. The Hund coupling is set to J = 5. The number
of sites is N = 256 x 256 in (a) and N = 32 x 32 in (b).
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FIG. 4. The magnon dispersion for (a) Fy=0.0-1.2 and
(b) Fy = 1.0-1.1. The other parameters are set to 2 = 1 and J = 5.

in Egs. (16), (17), and (31) are set to I' = 0.05 and 8 — oo,
respectively. The chemical potential is chosen to be u = —J,
which keeps the system quarter-filled, i.e., n, = 0.5. The
number of sites is taken as N = 32 x 32 in most of the
numerical calculations.

Figure 3 shows the imaginary parts of the time-averaged
Green’s functions, g}}?(w) = (g}}T Joo(@) and D (w) =
(D)oo(@), in the cw field with Fp =08 and Q= 1.
In Fig. 3(a) for the electronic band, it is shown that the
bandwidth is reduced by a factor of Jy(Fp/2) = 0.85
and several Floquet sidebands spaced by the frequency 2
appear. Modulation of the spectral intensity results from the
hybridization between these Floquet bands. Thus, the magnon
spectral function shown in Fig. 3(b) shows softening in the
whole range of ¢. As a comparison, we show the dispersion
relation at Fy = 0 by a solid curve.

We focus on the low-energy magnon dispersion w,, which
is approximately given by the equation

Re (Dy ") o (@g) = 0y —Re (Z1) (@) = 0. (67)

As shown in Fig. 4, the magnon dispersion is softened with
increasing the electric-field amplitude Fj. In the case of weak
irradiation, i.e., Fp < 1 shown in Fig. 4(a), the dispersion is
similar to that of F; = 0 and the bandwidth is reduced. How-
ever, when Fy & 1.0-1.1 shown in Fig. 4(b), a dip appears
at (7, ) and the magnon energy at ¢ = (i, ) reaches zero
at Fy ~ 1.07, which gives rise to instability of the FM state
against the AFM one. This observation is consistent with the
results in Ref. [62] and Sec. III A, where the FM-to-AFM
transition was demonstrated by the numerical simulation of
the real-time dynamics.
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Wq=(n,7)
o
=)

FIG. 5. The magnon energy at ¢ = (7, ) as a function of the
electric-field amplitude divided by the frequency, for different values
of (a) the frequency at J =5 and (b) the Hund coupling at Q = 1.
A solid curve in (a) shows the magnon dispersion in the limit of
2 — oo. The chemical potential is set to u = —J.

In Fig. 5, we show the cw frequency 2 and the Hund
coupling J dependences of the magnon energy at the M point,
Wy=(x,7)> as functions of Fy/2. In the high-frequency limit
(2 — 00), the off-diagonal components in the Floquet space
can be neglected, which simplifies the magnon self-energy in
Eq. (29) to the following form:

(2'}12)00(“’)
J
=N ;[f(b‘m) — feriqy)]
2J
x [1 + : } (68)
® — Jo(Fo/Q)(ek+q — &x) —2J +2iT

for the linearly polarized light with Fo = (Fy, Fp). This ex-
pression is similar to the equilibrium self-energy in Eq. (37)
except that the bandwidth is reduced by a factor of Jy(Fy/€2)
due to the dynamical localization (DL) [72—77]. The magnon
energy at q¢ = (mw, ) calculated from the self-energy in
Eq. (68) is shown as a solid curve in Fig. 5(a), which fits
the data for 2 =40 (> J, h) quite well. The self-energy
is reduced to Re(E?)OO(w =0)~ 0 at the zero points of
the Bessel function, which means a flat dispersion: w, = 0.
Therefore, the dip structure as in Fig. 4(b) is not understood
only in terms of DL. On the other hand, in the case where 2 is
comparable to or smaller than J and 4, the results for Q2 < 4 in
Fig. 5(a) show deviations from the high-frequency curve. The
origin of the deviations is ascribed not only to DL but also to
nonequilibrium electron distributions. It is also found that the
magnon energy is scaled to a single curve that crosses the zero
energy at Fy/Q ~ 1.1 for @ < 2. This result is consistent with
the fact that the characteristic timescale when the FM order is
broken is scaled by Fj/<2 with finite threshold intensity [see
Fig. 3(e) in Ref. [62]]. Figure 5(b) shows wy—(x, ) for different
values of the Hund coupling, indicating that the larger Hund
coupling makes the magnon energy higher and thus requires
the larger Fj to induce the instability.

The magnon self-energies and spectra in the equilibrium
and steady states are shown in Fig. 6, where the high-energy
continuum is seen around w = 2J = 10, in addition to the
low-energy spin-wave excitations. These high-energy Stoner
excitations originate from creations of an electron in the
upper band and a hole in the lower band, as diagrammatically
represented by Fig. 1(b). It is found in Fig. 6(f) that the
high-energy continuum expands to the low-energy region

(0,0) (m,0)
20

(0,0) (0,0) (m,0) (m,m) (0,0)
20

log,o(~Im D} (w)/7)

()
0
-1
-2
-3
-4
r X M r

FIG. 6. Top: the real part of the self-energy. Middle: the imagi-
nary part of the self-energy. Bottom: the magnon spectral function.
(a)—(c) are for the equilibrium state (Fy = 0), and (d)—(f) are for the
steady state in the cw field (£, = 1.07). The other parameters are set
to=1andJ =5.

M r

especially at ¢ = (;r, w) with increasing Fy. The energy range
of the continuum excitations reflects the electron distribution
and the electron joint density of states, since the imaginary
part of the self-energy in the equilibrium state obtained from
Eq. (37) is given by

2J?
Im X (@) ~ — ; f(ee)m8lw — (skiqy — xp)]:

(69)

where f(&x4q,) ~ 0 is taken.

The mechanism of this magnon softening is ascribed to
the electron distribution in the light-induced steady state and
is understood on the basis of the equilibrium magnon self-
energy in Eq. (37). The momentum distribution function of
the spin-up electrons defined by

[ 2 mgiw 0)
n = — 1m w
kr oo 2T ket

is shown in Fig. 7(a), where the distribution is changed into a
uniform distribution, ng4 = n,, with increasing F. Assuming
that the expression of the equilibrium self-energy in Eq. (37)
is valid in the steady states, we notice that the transverse
component of the self-energy ¥, reduces the magnon energy
as

2.]2 Ny

RexR (w=0)~ -2y — T
2@ =0~ =y — irq —ex+ 2

<0. (71

Here, we replace the Fermi-Dirac function f(ex;) by ngs,
neglect ng, |, and assume that 2J is larger than the bandwidth
(=8 in the present model) [78]. In the perturbative process
in ¥, representing the Stoner excitation, the change in the
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FIG. 7. (a) The momentum distribution of the spin-up electrons.
(b) The real part and (c) the imaginary part of the time-averaged self-
energy at ¢ = (7, ). Insets of (b) and (c) are the extensions for the
low-energy region. We chose 2 = 1and J = 5.

electron distribution increases the available momentum phase
space governed by ng4 in the summation over k, in Eq. (71).
This means that, under the photoirradiation, the low-energy
electron-hole excitations are allowed because of the change
in nz4 and generate a new scattering continuum in w < 2J.
The energy gain by the Stoner processes takes its maximum
at ¢ = (m, w) in the present square lattice, since the energy
denominator gz, — &x +2J = 2J — 2¢; > 0 takes its min-
imum. Figures 7(b) and 7(c) show the time-averaged self-
energy at ¢ = (i, ) for different values of the cw amplitude.
In the low-energy region around w = 0, the real part decreases
with increasing Fy and the imaginary part is almost zero for
Fy < 1.2. These results mean that the magnon at ¢ = (77, )
remains well-defined and is softened by the photoirradiation.

Finally, we discuss the polarization dependence of the soft-
ening. The momentum distribution function and the magnon
dispersion are shown in Fig. 8 for different amplitudes. We
set the linearly polarized light along the x direction as Fy =
(«/EFS, 0). Equations (18) and (19) are changed to

Emnk = —2Jm_n(\/§F6‘/Q) cosk, —2cosk, (72)
form —n = 0 mod 2, and

Emnk = —20Tn_n(N2FS /Q)sink, — 2isink,  (73)

. %)7,0) (m,0) (m,m) (0,0) (0,m) (m,m)

/ (2)

0

—=— 0.0
—o— 0.2
—4— 04
0.6

0.8 I
—— 1.0

(b)

0.4}

$o02f F=00

e
Q&
0.0

1.0
r X M r Y M

FIG. 8. (a) The momentum distribution ny, and (b) the magnon
dispersion w, with Fy = (v/2F}, 0). Other parameter values are
Q=1and J =5.

for m — n = 1 mod 2, respectively. It is shown that the mo-
mentum distribution decreases along the I'-Y line and in-
creases along the X-M line with increasing Fy. Thus, the
magnon momentum that minimizes the energy denominator
in Eq. (71) under the condition of ngy > 0 is given by ¢ ~
(r, 0). Consequently, the magnon at ¢ = (7, 0) is softened
rather than that at ¢ = (;r, 7). This is consistent with the
polarization dependence of the transient spin structure shown
in Figs. 2(d)-2(f) in Ref. [62]. As for the circularly polarized
light, no major differences from the case of Fog = (Fy, Fp)
are observed except for the dip structure seen in Fig. 4(b)
(not shown). This is because the electric field does not couple
directly to the electron spins in the present model, where the
spin-orbit coupling is not taken into account.

IV. SUMMARY

We have studied the photoinduced dynamics in the itin-
erant magnet described by the DE model. It is found that
the initial FM metallic state is changed to the AFM state by
the cw field, which is in sharp contrast to the well-known
AFM-to-FM transition due to the photocarrier injection. We
presented formulation for the transient optical conductivity
spectra by extending the formalism based on a nonequilibrium
Green’s function [65] to an inhomogeneous system, since
the inhomogeneous (site-dependent) magnetic field originated
from the localized spins acts on the conduction electrons in
the transient state. It is found that, in the photoinduced AFM
steady state, the interband excitation peak at @ = 2J and the
Floquet sidepeaks at w =2J £nQ2 (n =1,2,...) appear.
These are available to identify the FM-to-AFM transition
proposed in the present paper.

We also investigated the magnetic excitation properties in
the FM metal in the cw light by using the Floquet Green’s
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function method. The magnon Green’s function is calculated
in the perturbative expansion with respect to the Hund cou-
pling, where the Hartree-type and bubble-type diagrams are
taken into account. It is found that, with increasing the cw
amplitude, the magnon dispersion is softened in the whole
momentum range, and the dip structure appears at ¢ = (7, )
in the square lattice for Fy > 1. This implies that the FM
state is unstable due to the photoirradiation and is transformed
into the AFM state at the finite cw amplitude. In the low-
frequency regime € < 2, the magnon energy at ¢ = (7, )
is scaled to the single curve and is lower than that in the
high-frequency limit & — oo. These observations based on
the Floquet Green’s function method are consistent with the
results by the real-time simulation in Ref. [62], and indicate
that the FM-to-AFM transition does not depend on the clas-
sical/quantum treatment of the localized spins. We propose
the microscopic mechanism of the FM-to-AFM transition as
follows. In the FM steady state, the electron momentum distri-
bution is modulated by the cw field, which enhances the low-
energy Stoner excitation and reduces the magnon energy. The
nonequilibrium electron distribution induced by the cw field
plays a crucial role in the softening of the magnons and the
appearance of the dip structure in the magnon dispersion. This
is beyond the DL effect that appears in the high-frequency
limit and leads to the monotonic reduction of the magnon
bandwidth.

We expect that the present theoretical results will be
checked by the experiments. Candidate materials are the per-
ovskite manganites La;_,Sr,MnO;3 and layered manganites.
It has been already observed that the AFM insulator associated
with the charge and orbital orders is changed into the transient
FM metal by photoirradiation. We expect that the laser light
applied to the FM metallic phase in manganites induces the
AFM spin alignment in the nonequilibrium state. As discussed
in Ref. [62], the intense pulse light is better than the cw
light adopted in the present paper. The light frequency should
be smaller than the Hund coupling to avoid the interband
transition. An observation of the Brillouin-zone folding due
to emergence of the AFM order by the angle-resolved photoe-
mission spectroscopy is one possible measurement. Although
relaxation effects are included in the present formulas as the
Gilbert damping [Eq. (63)] and the heat bath [Egs. (16) and
(17)], more realistic treatments of the spin and energy re-
laxations are required to compare the theoretical calculations
with the experiments.
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APPENDIX A: KELDYSH FORMALISM

We briefly introduce the Keldysh formalism and the
contour-ordered Green’s function (see, e.g., Refs. [67,79-85]
for details). Let |W(—o0)) = |¥y) be an initial state. The
expectation value of an operator O(¢) at time ¢ is represented

C

—00 CZ +00

FIG. 9. The Schwinger-Keldysh contour: C = C; + C,.
as
(0(2)) = (Yol O(1)|Wo)

= (Wo|U(t, —00)OU (1, —00)|Wp), (A1)

where O = O(—00), and the unitary operator U is given by

U, t)= {721 exp[—i [dT H()| (t>1),

(A2)
Te,exp[—i [LdT HD)] (t <1').

The symbol 7¢, (7c,) represents a (anti-)time-ordered op-
erator. Using U(t, tU(t',t") = U(t,t") and Ul(r,t') =
U(t', 1), the expectation value in Eq. (A1) is written as

(0(1)) = (Wo|Tc exp [—ifcdt_H(f)]O(t)l‘l’o% (A3)

where 7¢ is the contour-ordered operator defined on the
Schwinger-Keldysh contour C depicted in Fig. 9.

When the Hamiltonian A is divided into the noninteracting
part Hy=)_, e, ¥, and the perturbative part H' as H =
Hy + H’, it is useful to introduce the interaction picture to
perform a perturbative expansion. By introducing a time-
evolution operator Uy (¢, ¢’) as the noninteracting counterpart
of Eq. (A2), in which H is replaced with Hj, we define the S
matrix as

Se = Tcexp [—i / dt_HI’(t_)], (A4)
c

where H|(t) = Ug(t, —00)H'(t)Uy(t, —o0) is the perturba-

tion in the interacting picture. The expectation value of O(¢)

in Eq. (A3) is given by

(0(0) = (Wo|TeSe O1(1)Wo), (AS5)

with O1(1) = U (1, —00) O Up(t, —00).
We introduce the contour-ordered Green’s function G(¢, t')
as

iGu(t. 1) = (Teyu OV = (TeScynu (OY, (),
(A6)

where v/ is a creation operator of a boson or fermion with a
quantum number v. The contour-ordered Green’s function is

expressed in a matrix form as
G12 (t, t/)
” . ((AD

11
G, (, )
22 /
G2 (t,1)

Gt 1) =
) [Gﬂ .

where the superscripts 1 and 2 denote the branch of the con-
tour C to which the time variables belong. Since the contour-
ordered function G satisfies the equation G!' + G* = G'? +
G?*', the redundancy is eliminated by the Keldysh rotation
given by

(A8)

GR GK
GI—)GZLO’ZGLT=|: :|,

0 G
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where

L 1 1 -1 (A9)
2001
is a unitary matrix and GR, G*, and G¥ are the retarded,
advanced, and Keldysh Green’s functions, respectively. The
lesser Green’s function G= = G'? and the greater one G~ =
G?! are given by G< = (GX —GR+G*)/2 and G~ =
(GX + GR - G*))2.
The equation of motion (Dyson equation) of the contour-
ordered Green’s function G is given by

(G ' oGl t)=0%8( —1)+[S oGt 1), (A10)

where Q,;,l(t, ') = 8,,0°8(t —t')(id; — &,) is the inverse of
the bare Green’s function and ¥ is the self-energy. Here, we
omit a summation over the quantum numbers. The symbol “o”
in Eq. (A10) represents the convolution defined by

o0

[A o B, 1) =/ di A(t,)o*B(F, 1) (A11)

for two-time functions A and B. The Keldysh rotation trans-
forms Eq. (A10) into

(G =)o Gl 1) =8t — 1), (A12)
with
[Ao Bl 1) = /oo df A1, DB, 1). (A13)

We identify G~! - ¥ in Eq. (A12) as the inverse of the full
Green’s function G~!. Finally, the Dyson equation is written
as
GR GK -1 R K91 TR yK
A = g g A — Al (AlD)
0 G 0 g 0 z
which is an integrodifferential equation with respect to time.
In the case of the noninteracting fermionic Hamiltonian

given by Hy=)_, EVWI ¥, the bare Green’s functions are
written as

Gr(t. 1) = —i0(t —1)e ™" = GH D, (AS)
GR(t, 1) = —i(1 = 2nM)e~ien (=), (A16)
Gt 1) = inWe 1010 (A17)

where ngo) = (wI Y, ) is the initial distribution function.

APPENDIX B: FLOQUET GREEN’S FUNCTION

The Floquet Green’s function method [66,67,86-92] de-
scribes efficiently the nonequilibrium steady states driven by
a time-periodic external field, in which the Green’s function

G(t,t") satisfies the relation
GXt+T,/+T)=G*(t,/) (X=R,A,K), (Bl

with a period of T = 27 /. Owing to the periodicity, we
introduce the Floquet representation of a two-time function
A(t, t') and its inverse transformation as

T [e’e)
dt, : . ,
Apn (@) _—f —T/ dt, ! @TmDI—iltn A 'y (B2)
0 —00

oo
d . .
A=Y / S e DA, (@), (B3)
n —00

respectively. Here, the indices m and n are integer numbers,
and t, = (t +¢')/2 and t, =t —t’. Equation (B2) leads to
the redundancy: A, (0) = Ay41.n+1(@w — [€2). In the Floquet
representation, the Dyson equation given in Eq. (Al4) is
simplified to a set of the algebraic equations; the retarded and
Keldysh components of G are given by

(G (@) = (G2 (@) — ZR (),  (BY

GK () = —[GR(G* ! = %G (@),  (BS)

respectively, where (GX7!),,, is the inverse matrix of GX .
Since the inverse of the bare Keldysh Green’s function,
GgKk—1 s proportional to an infinitesimal constant, the full
Keldysh Green’s function in Eq. (B5) is given by GX (v) =
(GRZKGA),. (). To stabilize nonequilibrium steady states
in an external field, we introduce a heat bath with constant
density of states, which are incorporated via the following
self-energies:

(Ell}ath)mn (w) = =idu, T, (B6)

(Bin) (@) = =208, [1 = 2f (@ + nIT,

where I (> 0) is the coupling strength between the system and
the bath, and f(w) is the Fermi-Dirac distribution function
[66,67,88,89]. In this paper, we merge these bath self-energies
into the bare Green’s functions in Egs. (16) and (17).

We define the Wigner representation as

(B7)

o0
Aw, 1) = f dt, " A(t, 1) (B8)
. Q
=) e "A,, (a) - %) (BY)

which is useful to investigate the dynamical properties in
the nonequilibrium systems at time #,. In particular, the time
average of A(w, t,) is represented by
T dt,
Alw) = TA(w’ta) = A (0 — n), (B10)
0

where n is chosen such that w — nQ2 € (—/2, Q/2].
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