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Fig. 1. (a) Schematic crystal structure and (b) phonon spec-
trum of the prototype phase of Sr,RuO, monolayer.
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Fig. 2. Energy variation of each distortion mode with the
mode amplitude for the SryRuO, monolayer, involves (a)
rotation (R) and tilt (T), and (b) JT; and JTy modes. The
illustration shows four lattice distortion modes, where the
curved arrows represent the direction of octahedral rota-
tion and the straight arrows indicate the direction of anion

displacement.
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Table 1.  Symmetry and the relative energy at different U values of structural phases resulting from different distortion

modes and their various combinations for the SroRuQO, monolayer. Energy of the ground-state phase is set to 0. The symbol

“__»

after structural optimization.

represents that the corresponding structural phase is unstable, that is, it is transformed into another structural phases
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Fig. 3. Crystal structure (a), phonon spectrum (b), and first-principles molecular dynamics simulation (at 300 K) (c) of the ground-

state phase of Sr,RuO, monolayer.

e, FLIAFIRE AN = A 19 o, PiE. L A JE
e th 2 oK BE LR I AN A TR T o R Y o BLIA,
Tl R T 25 1 e HLIE, e Fl 1o, B IE Y B 22
TEAT BN Xty DA TH T —42 0.95 eV 1Y
AT, W 4(a) . T ABERER T, 6, PliE
RS 4, FECOKRRRI G b, FUIETE BUT HE
. I, SroRuO, FUZFESHI N Y48 . Lhs I,
TN N SR (O BB X RR 2l AR Sk Y

TR (Day SR, T8 b, L8 — 2 B
F AN d,, PUE ARG 7] 919 d,. /dy, BLIE . SR
M, XA 55 1 A A S B 2401 R 10 250 T 4, B
1 4. B AR S5 AR, SroRuO, RIS,
Fr Ru & F R A TEZR, B d 8L
theTtog e 0 . IXFIIL [ HEASHY LR ILAS AR B 2
&R PERYJEA.

PE—2E W5 T UAEXT PR . U

226101-4


http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1
http://wulixb.iphy.ac.cn/CN/volumn/home.shtml#1

Y] 32 % 3R Acta Phys. Sin. Vol. 73, No. 22 (2024)

226101

A1 RN L P BT AR A 520, SroRuO, B2
SHULP R 2R A, B L ATERE BRI A
AAE, W 4(b) FR. i U R 0 B, 3ok fg
FeoEit A BER) b BUETE A RENT, IR R 56 7AE
M4 EME, WA 4(c) iR, X5 6 Bl BT A e
AREE2Z M/ R, S8 L AR b, FUEN
BRSSPI, A U Sr,RuO, B
TFHEA W 5.

3.4 FEMHERR

R T #iE SroRuO, HZ B M RER, T
BTN IR W A R i, B R Y N O b S Bk
J¥. & 5(a) Sos T BT % B SR RE T B RESS 14 e
T SERET Z B RE R 25, S5 3RM, Iy gk
WEF I RE R34S TG Y, UERSE N2 38Uk
T P AT RE it 1) e, (EAS ICAR B R ) R R A

—~
&
g

S = N W

E

—

=2

=

o = N W
[ V)

Energy/eV

—~
2]
~

> >
g8 2 <2
5 B >
zog o
) Q
2 g =
<) <)
£ 3 3
2 ~
> >
g o
) Q
S £ IS
A m 53]

Energy/eV

4 SryRuOy HZIEBARTEARR U T B B ABERT A RESE AL (a) Usr = 1.2 V; (b) Uetr =2 eV; (c) Ur =0 eV

Fig. 4. Projected up and down spin band structures of the ground-state phase of Sr,RuO, monolayer at different U values:

(a) Uegr = 1.2 eV; (b) Uegr =2 €V; (¢) Uer =0 €V.
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Fig. 5. (a) Schematic of different antiferromagnetic orders and their relative energy (to ferromagnetic order) for the ground-state

phase. (b) Energy curves of magnetic anisotropy for different spin planes, and (c) magnetization and specific heat curves in Monte

Carlo simulation calculated at Ugy = 1.2 eV.
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Table 2. Nearest neighbor (Ji ) and next nearest

neighbor (J2 ) magnetic exchange interaction para-

meters, magnetic anisotropy constant (K), magnetic

moment (M) and Curie temperature (7¢) calcu-
lated at different U values.

Ueg/eV  Ji1/meV  Jo/meV K/meV M/ pug Tc/K

0 11.48 1.35 1.57 0.73 81
0.5 15.39 1.73 1.11 0.96 111
1.2 25.34 -2.41 1.83 1.43 177
L5 31.18 -3.90 1.70 1.44 195

2 38.38 -8.53 1.81 1.47 202
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Fig. 6. (a) Variation of the up-spin band gap and magnetic
moment, and (b) magnetic exchange interaction, magnetic
anisotropy constant and Curie temperature with the elec-
tric-field intensity.
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Abstract

At present, the research on two-dimensional (2D) ferromagnets is mainly concentrated on van der Waals
materials, while the successful preparation of strain-free freestanding 2D perovskite films provides a great
opportunity for designing 2D ferromagnets beyond van der Waals materials. Perovskite oxide SrRuQj3, a typical
perovskite itinerant ferromagnet, has broad application prospects in many fields. In this work, the lattice
dynamics, ground-state structure, electronic and magnetic properties of its perovskite monolayer with formula
SroRuQy, as well as the effect of external electric field, are studied by combining first-principles calculation,
symmetry analysis and Monte Carlo simulation. The influence of the Hubbard parameter U is also revealed.
The results indicate that the ground-state structure under all U values presents the structural phase (space
group P4/mbm) generated by octahedral rotation distortion. Similar to the SrRuOj bulk, Sr,RuO, has a
monolayer ground-state phase that exhibits ferromagnetism, which is independent of the U value and thus
robust. Density functional theory calculation using Hubbard parameter U predicts the ground-state phase of the
monolayer to be a ferromagnetic half metal with an out-of-plane easy-magnetization axis, while excluding that
the U parameter predicts the ground-state phase to be a ferromagnetic metallic state. The ferromagnetism
mainly originates from the strong ferromagnetic exchange interaction between the nearest neighbor spin pairs.
The simulated Curie temperature of the SryRuO4 monolayer is 177 K, which is close to the value (150 K) of its
bulk phase. The out-of-plane electric field does not change the ground-state structure nor ferromagnetism of the
SroRuO, monolayer, but can significantly modulate its electronic property and magnetic property. When an
external electric field exceeding 0.3 V/A is applied, the system undergoes a transition from a ferromagnetic half-
metal state to a ferromagnetic metallic state. This work indicates the potential application of SryRuO,
monolayer in low-dimensional spintrnic devices, and provides a reference for developing perovskite-based 2D

ferromagnets and realizing the control of 2D magnetism by electric field.
Keywords: two-dimensional ferromagnetism, perovskite, first principles
PACS: 61.50.Ah, 71.15.Mb, 75.30.Et, 75.70.Ak DOI: 10.7498 /aps.73.20241042
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