RN X B SRR 1408 R VIR AR
RiE BRER KTT
CMER AR 5 TR 5 B W R 411100
HE

FR 7R B A G KA X (PNR )3 i TG 44k FhL JHE S P R 28OS A O L B, SR
F 4 J@ A WL 23 2 41 45 Nao.sBio.sTiOs-7BaTiOs(NBT-7BT) i i, 45438 iR JE
HLE . BRI BRI S = 4EAHI BN, RS FT PNRs L7/ B2 4K
BN W AU A ] B R BE B o 45 R 7E 30 °CIR R AL I EE
UL, PNRs BfEGE, W B3 ARG 42, RA SE A ab BRI AL
W 5 0] R S R T R R A i P 5 P A Tk P gk R 2 4R T £E 500 kV/em
Rt T, T Z il ok RIEEA T AR 2 T 20~30 °CIX [H] 3R 13 e K 4
PR AZ|AT=2.0 Ko B B =Z4EAH B0 HE L T PNRs 75 T W5l el 18
S aE S W) G, IR ISR T PNRs - HL B 5] 0 315 45 54 840 2
ARk 488 5 ) R RS B T S B ML . ASHIEFE I T PNRs 1 2 B5 45
Fe) 88 558 FL R RN O BOUAS 5, et 1tk BE TG A ik mi ] A5 VA AR 3t 1 SE
IS S

% 8217): Nao.sBio.sTiOs-7BaTiOs(NBT-7BT) i /i, HL-RRN ; M4 K i
X: WEENE:: AHIZARI

PACS: 77.70.+n, 77.80.Dj, 77.84.Lf, 68.55.-a, 07.05.Tp

HE: WEEERPIEES I (S 20261150366) 5 B

t JB{5 1% E-mail: akzhuzhe@]126.com
% —{F# E-mail: 1263451699@qq.com

1 5 =

[ A Al k. AR o A HER Oy B A SIS e il 7% IR 003

AR5 1), Ferb AR ON Ak HL/ ot TR FE R RLE A SR AR T BE A RS R R R R AR A

TR T 7 A i FEE W) L P A o RO, A SIS 14 s AL B SR B L Bk UL

HL R A B BGR T W A5 A BB AN AL, TR A0 K AR X (PNR s) 1 Dy 5t B Bk H A

1


mailto:aaa@bbb.ccc

SR AR R 44, TAE SR X N BRIRLEE . SN KRR R Ao RS AR
) Wl VIE S TR AL Gk LA LR ORI X | IR AR /NS DG B 45 ) PR

TCHT Nao.sBio.s TiOs(NBT) i [l 5 4 75 #E [F] 24 AH L (MPB) B 13 AT 8 5E A7 1E =1 25
J£ PNRs, HAEREES M2 HE-TT5- R AR, 2 HRPPRMIE 7T 1 AR AR R B4,
H AT, 225 CYIBIESE PNRs Al ftfk NBT A48 LR A : Cao Z57F NBT-6BT
B o T IR AR A IR B BT 3R AT 1.5 K 48, I01E T PNRs %t # R RE 42 T
TEFHB); Ma %538 1 AH B3 H7 46 HE PNRs A 9 55 B - R0 (19 36 A B 7 110 Han
BB AEH T 51N PNRs, TESZH ATIE SR A0 B Ding %%\ Ursic %57
FH I HL 77 AU (PFM) B2 W0 21 PNRs 7E4M% T TG BRBNAAT N %) Zuo 45
W JEAL F AR X R AT S BORAE TC B ot PR 2k B A b 58 31 PNRs Bl 37 M
K RRE [ K R R B R (AR 1L R0 Zhao 5 R B T — B E B BB HAM
ke ARAE A Wi AR R A W BEAZ 5 SURRIFD38 B 7V, 99T PNRs (14 B3 |
HLEIFAL T LS00 F- B Wang 25 10 AH 37 A5 0111 22 BH 40 K RS I 45 A4
RPERE A B U2, IXEERT TR B T 2 R RAEHOAR B3 RR, S
B RIS X RATIR A X IR I8 U A5,

B _ERBEFAAFAERZ OB GRS T PNRs 5 H-RIEERER Z M RER, Bh=
PNRs 7E4M7/il T 5 5 W B (R AL, A OV AL 2 THT 485 7% PNRs
PR AN AL, BE TSR IR RAE S5 AR BN A A B X R B E, 7 4
NBT 2 R a5 i st 5 8 H

BT, ASCPL NBT-7BT SNBSS, R AR PEM JEAZ R AE PNRs
() L/ B R BN R ANAT 9, 45 B BRI RGIREL P-E [B128. P-T 2 IRit 55
HAR LR AR [ A AR, Bl PNRs 5 5 W B A2 54k 43
AR I SEER AR S BSOS, 4578 PNRs 755 AR 3 0 i R AL

2



RLEHOMBLA], BAHG PNRs. BESER . HLRPERE =& IO FE SRR, A TCHER Bl
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Fig.1 (a) XRD patter; (b) AFM1 pmx1 pm 3D topography; (c) AFM 1 pmx1 pm topography; (d)
Red cross-sectional line contour; (¢) SEM cross-sectional view for NBT-7BT thin film
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Fig. 2. Morphology of NBT-7BT single grain (a) and phase images after application of voltage (b)
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0V, (c) 3V, (d) 6V, (e) Schematic diagram of polarization orientation in ferroelectric domains
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Fig. 3. Amplitude, phase images and hysteresis loops of NBT-7BT film at 20 °C (a)-(c); 30 °C
(d)-(f); 140 °C (g)-(i)
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Fig. 4. Under the 500 kV cm -, (a) electric hysteresis loops under different temperatures, (b)

P-T(c) (%)E-T, (d) A T-T curves of NBT-7BT film

3 HIpHE

A B B TSI WL A PNRsER AL KA, Y EENBT-7BT =4k 5 Al i i Y
B bR 2 (I RIS ) 5183 (30 °CPNRs #E) , MER IR JZ 1 5 IFPNRs
75 Fabl ) oIS . I SRR SR ORI, 58 e SE G FRAE+ R B AL
SN BT
3.1 FLRER

K HH & I <2 25 8- BITE (TDGL) J7 2R I8 Bk AR AL I I 2 54k, A% 07 BRI R
[16-18],

Rt OF 153 @
or 8B (r.1)

A LABES % RE, P (=1,23) NARWWSE, FRERMSAH
RE, HHEENTREARI V NEE HEEE R £ 153
F=([[[rav 3)

I RES JEE f 4x i B 2 Bk rE R S AL O A% Do BE B, I A I REE 2 3

0

E|
VEARTE REH L « ARALPORERES L | i L R L DU B 70 M e, TR HER IR A AL B |
W B 12 20 5 W S5 A G R R T 1T N

ARG AFM LI SRS 5 R, #2357 200 nm=200 nmx50 nm =4 &
AT (B 5D+ x/y T AR A A I 57 26 4 - 2 D il it N 3 B L 37y (55856 PFM

FHRHEIFMXIAR) RN T A SRR X I

12



5 NBT-7BT =4 F G AR 10 7 o 445Kl 43+

Fig. 5. NBT-7BT 3D single crystal model and meshing
RERIIIEZS MRS 14 5 PNRs 73040 58 20 N A SCSRE 0 VR () PEM AR08
25 0L FRAON KR s, BRALE R DATHT A ab W5, T4 ¢ BEIAA & LLZ) 15%,
S g — 8 AR BENLEIN 10~20 nm (BRI PNRs X3, HEH R
IR BENL AT, SR FRHL 12%, 5 ST AR A 00 2 1 ARIRAS PNRs ).
SR LEE,  PRUERIHIAA 5% 1 5 S B RAS 58 20
XF T [E ¥R NBT-xBT, H g8 WAL 77 08 NBT 5 BTO fe & W44

&, BREE TN
Fagras=XFxprH(1-X)Fgro 4)

MSCHERUTA] 43515 2] NBT-9BT #1 BTO #4 %}¥) Landau R%0. 30ME R4, #4
&AM BRI £ NBT-9BT E &1 8H, NBT A1 BTO HJ & Lb 70739 0.91.
0.09, WMURFEEANTEE G S, FIH @)U k1S NBT ) Landau %, 3
YEREL AR ARWMAE. G UMER A& G R T B
NBT-7BT W& HiRE ES 4, BASHINE 1.

# 1 NBT-7BT & Uife &S

Table 1 Parameters for NBT-7BT

Coefficients NBT-7BT
a1 (10°m>N/C?) 5.115(T-533)
air (103-m°N/C*) 0.86
a2 (10%-m°N/C*) 3.11
ain (105-m!°N/C*) 4.34
a2 (10°-m!''N/C%) 8.001

a2z (101°-m!°N/C?% 4.69
cir (10"-N/m?) 1.71
ci2 (10'""N/m?) 0.96

ca4 (10'"N/m?) 0.83
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qu (m*N/C?) 0.133

qi2 (m*N/C?) -0.026
44 (m“N/ Cz) 0.072
Po(C/m?) 0.38

R 1R FTE RS EBUES A KR, 5A SRR R S ETAC . Hoh,
B A B RE R A TPENIRE BB BBUPYE R gy, HET NBT 5 BT i o s
EHOERE 24, B EEALEAE AR (N4 HEARR, WocSHHE NBT
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AR (R0 B AR 9 52 20 S8 v R OCH AR : U7 0E PNRs 155 ab W i)
¢ WEEHIE AN 30 °CHMIE PNRs 51 RARAR SR 58, 51T 52 DL 16 5 S i B 4%
ST . PEM R 38 I EREHE N B L, D SESIASAIL 5 S8 AR, AR 448
JEFE d =203 nm, A4 SLI6 KN B=U/d #5A S g g SR 3 V. 6
VB LR 23 B R 7 3R] 148 kKV/iem. 296 kV/em. ML BB hn ik 2%
Yy, CAMOREHE S ILSLEG b A s 3 IR 5] PNRs 0 5 W L 1 B0 7
3.2 WAk 5SS M AL AR
3.2.1 HIipIKEIBEE L

F I N ANE I A 2 B S AR A ] 6 TR AE AR INIAIIVIAA AT,
WALBENL AT, DATH Y ab W59 3, AF7E K TCH PNRs X ; 7E RN E) 148

~296 kV/em (3~6 V)Itf, PNRs # HLIZ ¥, £ 30 nm PRI AL e#FE, 5%
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ab W A T 5 ¢ BRI » o WA SR 9 i 2 52 T = i3 I Al -296 kV/em (-6
V), AR S A D oW, SR e ML 5 T IR BRI . IR EEIR S Castro
S5 NPOTRIF PEM 7£ BFO 35 FPOUL 2 2 0 45 2R — 25, B PNRs BERFIRHR AL € 7 fE

%, fieidt ab B[] ¢ BEELAS . BLDLAE RUIESE | PNRs A2 H3g MBS A9 <A% Lo b1,

AR Z PR ab—c BERRIFE 22, SASCEAL PEM YL 58 4 — 3.

Kl 6 Zifh T NBT-7BT =45 G fEA R HLUE T AL = E: (a) 0; (b) 148; () 296; (d) -296
kV/em, K ANF LR W &5 )AL (e) 05 (F) 148; (g) 296; (h) -296 kV/em
Fig. 6. The polarization distribution diagrams of NBT-7BT single crystal at different voltages at
room temperature: (a) 0; (b) 148; (c) 296; (d) -296 kV/cm; the three-dimensional domain structure
diagram of NBT-7BT single crystal at different voltages at room temperature: (e) 0; (f) 148; (g)

296; (h) -296 kV/em

3.2.2 iR AN BETE AL

AN T IR AL 7 BT 20 °CHF, DAKFEBRHLEE A, PNRs &b
FARIRAS, ¢ B & ELAK(~20%); 30 °C'F PNRs #% HVEIE, ¢ 85 &5 HLIE T 4 35%,
WAl SR AT, X RS EG Tk — S TRARAE, 58] 3 (1) PFM 5 i IRl R 45
REEYIE, R W EE AR Te; 140 °CF PNRs IR E, KITBE &
F G, WAL RS 2SI THR S 290 °CHY, HEANGEAE, PNRs 5847,
WE B R 132K . ZILR 5 Meng EPUSE KTN AR IORF A5 RARFF G HL: =
THRAEIR RS, B ) PNRs Z 0] S HESS, HELUR SCEIRAL, AT PG R

RERE. BUDAER B S0 3 (94518 — 2 UESK 30 °Co PNRs #I0E 11 5
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W, Zn W R s, 2 R TEREEIE I EIR AR YA .

7 NBT-7BT =4k 58 £E A R N IR AL 2 - (a) 20; (b) 30; (c) 140; (d) 290 °C, KA iR
R i = 452550 A B (e) 20; (f) 30; (g) 140; (h) 290 °C
Fig. 7. The polarization distribution diagrams of NBT-7BT single crystal at different temperatures:
(a) 20; (b) 30; (c) 140; (d) 290 °C; the three-dimensional domain structure diagram of NBT-7BT

single crystal at different voltage: (e) 20; (f) 30; (g) 140; (h) 290 °C
4 HLEW®

YR R BN AT, SRR AT T A B R R RAS R 51 R AR
ehsAe, LATRARAT tE € 3 T~ AR o il B2 U (OP/0T)e BLRERHE
i PNRs~ Z9KWs 5K ARGk Al = MM 454, X AR A5 R A8 1 5 W A 3 A5 () 52
BRTEAEA TR 25 57 KAk i mEmsRERR T . BFERE 220, B3/ IR0 TATS P Ak AR fk
BN, SRR TTHERIAG (RS 20 °CERHUH RIRIAT=0.3 KD 5 9K EIF: At
&, XS RAA —E STk, H R B R E (LT PNRs; PNRs Jolf EWGEE. 3
SRS, K- E N RGOS, AMUE SRR, 3 AR W R T
RIEFEACRE 22, 5 S RV B W 25 1) 5 el A, SRR AL TR AR 5 A8 S TH AR A% 0o SR U
(A3 30 °C PNRs 0% X 7] 35 i A JAT|=2.0 K, 140 °CPNRs 73R JG AT BFZ 0.5 K
AR

ASCEE G AL PEM RAE . Hk L RETIN 5 = 4EA S0 45 R 58 B PRI SR IE
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T “PNRs #- 1 Hlp [F)0E — W0 — AR A3 iR — LR SN T A Lo W AL

PNRs - U FIBIE: Seie M 2 30 °C GEMAKIRE To) k- g HAz X
6], PNRs MARIRZSF NGBS S, ARFR N 20 °CHY 12%TH % 32%, Hrmids T
B& 42%; FIIZAS RS HE R BL 13X —i2f%, 30 °C'F PNRs (5 EASLIE 5 S2 06 i 2 /)N
F 5%, UESCIRE S B P EY PNRs BURTRAE T #1254 1F.

PNRs #5385 € #1550 PFM 455878, 056V B, PNRs Buf
GXZNTH AN ab B FI AL ¢ B 5E RIS, ¢ B b7 AN 14%T1 2 46%; AHIZ LU S5 2K
Hi3% N33 ¢ W 5 EEMN 15%TH 2 44%, 55E80 € & ULAC, 1iFSE PNRs /2 85 € 7] §
A% 0 IR EN 1

AR S BRI 2030 °CIX[A], BA c 5 (5 LLARTF, & RIULHIRAL
SEPE PsHE Tt 28%, X Si(OP/OT)e 18 RIEAE , X N KIAT[=2.0K, = AHXT 172 ZE+6%,
B T R AT AR AR (iR e 34 S eI e v, NERIR
S XU A SR T LB ) e AR

5 CARIE B RS TR AR B, AR TAEALE 500 kV/em H 45 HLd7 F3RTGH
2.0 K #HIEAZ, 4bT NBT Heik R HBREHAKT, T FEHE T Cao FEEHRIET)
NBT-6BT P % Han SFUHRIE ) NBT FE SR ERE: ORI Z, Ok
[f) NBT 2. KNN . BFO JJCHHE f R 20N 2 B 78 40 °CLA B b
5 DX 8] T A T A R B 5 7 20~30 °CE IR IX IH], 56 36 368 e Bl A5 A se Fl 3 5%,
AR T A G IR T PS8 AR 5 L ) 35 SR A R B
5% #

AR AR IRPFMR A RAE . BRI RENIA S = 4EAHIA A 45 & 1 7705,
RS~ T PNRs 15 B 5 18 S NBT-7B T 5 L 2 R0 (O WOW LA, 35T
04518 NBT-TBTHEAE30 °C GRIRALIRE) KA BRHL-H B AHAR, PNRsFA
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WO, A R R L RE 42, R RO 3 IT N ab B[R] T Sh el 8 R R, X EH

FAERESRTHAUIZ LSRR . 500 kV/emM T, JEBAE20~30 °CIX A1 3R 45 e K4

HURAF|IATI=2.0 K, 1% X S5 PNRsFIE « 5 AR 43 %5 5 M A 5 1] 25 41 ) IX ]

STEVIE, UESEBEL AL EiE e RNV R8s . = 4EMI RS HE R L T

PNRsHHLI7/if B RSB A AT 9, SRIRg R mE — 2, MEL B3 IE T PNRs

- HL U (R s — W R e > AR AL 0 i — H R OSSR TH ) S SR . AT T B I 1

PNRs 1 416 45 #1856 oL - 28N AR BR A I, DR ik v e M e T BBk R T 2 1) v A

St TR B SRR AR T S B R S
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Investigation on the mechanism of enhanced electrocaloric effect

via polar nanoregion-induced domain switching*
Chen Hao Chen Yiyi Zhu Zhe '
(School of Materials Science and Engineering, Xiangtan University, Xiangtan 411100, China)
Abstract
To uncover how polar nanoregions (PNRs) regulate the-electrocaloric effect in
lead-free ferroelectric thin films, we fabricated Nao.sBiosTi03-7BaTiO3 (NBT-7BT)
films via metal-organic decomposition. Using variable-temperature piezoresponse
force microscopy (PFM), ferroelectric -characterization, and three-dimensional
phase-field simulations, we systematically probed the electric field- and

temperature-driven domain evolution of PNRs. Our results reveal that near the
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depolarization temperature (74~ 30 °C), thermally activated PNRs substantially
reduce the domain switching energy barrier, efficiently inducing directional
switching from in-plane ab domains to out-of-plane ¢ domains. Consequently,
both the saturation polarization (Ps) and its temperature sensitivity are
substantially enhanced. Under an applied electric field of 500 kV/cm, the film
achieves a maximum adiabatic temperature change |[AT|= 2.0 K in the range of
20-30 °C, as determined by the indirect method based on Maxwell relations. The
three-dimensional phase-field simulations accurately reproduce this PNR-induced
switching process, showing excellent agreement with experiments and
theoretically validating the complete physical chain: “thermally assisted electrical
activation of PNRs—domain structure evolution—polarization
enhancement—improved electrocaloric performance.” This work elucidates the
microscopic origin of the PNR-tailored electrocaloric enhancement and provides
robust experimental and theoretical guidance for designing high-performance;
lead-free ferroelectrics for solid-state cooling applications.

Keywords: Nao.sBio.sTiOs-7BaTiOs(NBT-7BT) thin films; Electrocaloric effect, Polar

nanoregions (PNRs); Domain switching; Phase-field simulation

* Project supported by the Natural Science Foundation of Hunan Province of China (Grant
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