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Abstract

Strain engineering is a crucial approach in the engineering field to optimize various physical properties of materials by applying
mechanical strain loading. However, it is extremely challenging to find out the best conditions of strain with unprecedented
physical properties in the vast strain space consisting of six components. Here, we developed a technical framework that enables
efficient exploration of physical properties in the vast strain space based on machine learning (i.e., artificial neural networks),
active learning, and high-throughput first-principles calculation. We demonstrated the active learning technique to successfully
and efficiently construct an accurate machine learning model for ferroelectric PbTiO3 with minimal first-principles datasets
(only 3.7% of the vast strain-space). Our machine learning model can accurately predict the nonlinear mechanical deformation
and electromechanical response in the three components of normal strain loading. We also carried out strain optimization of
piezoelectric response using the machine learning model and found that a large piezoelectric response is five times larger than
without strain loading. We showed that the physical property explorer framework constructed in this study makes it possible to
optimize strain for various material properties in a vast strain space by calculating only a small number of data points. These
results suggest paving the way for constructing nonlinear piezoelectric constitutive equations for novel piezoelectric devices
via strain engineering.

Keywords : Ferroelectrics, Machine learning, Piezoelectric properties, First-principles calculation, High-throughput
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1. #&

PbTiO; X BaTiOs (ZAE SN H5EFHEMIT, =R N CIEFLL PR b G 2 R DiahEra & 72 0, fEsaN oD
WA A2« BaA A2 O AFRM LRI AN X0 B 3EH) 72 /35 % 7~k 3 (Acosta et al., 2017; Cohen, 1992; Cohen and
Krakauer, 1990; Haertling, 1999). 585 EMITLIHRY , i, AMEOBAIARIZ K > Tofmn2v+ 25 EEME
728, TREFEREG O — ERUSERHEZ R L, B X — L BRI RV — A HEICERT 5 L
MDTEDH. BB,/ BERNT X — O BEARITHIICITE—F — R EZ AN TThh A, RiAERITE
B, MU TE D8, (WFICRETH DA, e RICIN TN RETH DM, TR F—a ZAp7
VVRZR EIZB W THEILTU 5 (Chen et al, 2022). 2316 OFEZTENT Z &I K- T, MFEERITE
(Gruverman and Kholkin, 2006), MEMS 7 7 F = =— 4 (Scott, 2007) 72 E&E 1T /34 AFIH S TE 7=4th, T4HF
TIX, ERESHCISHINDEEAR 7 (L et al, 2021)X° A LAjR(Mirvakili and Hunter, 2018), ftfiilZ W55
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YV F—(Tressler, 2008), F=Hf T8 CTHIH S 5 #H I & — & —(Uchino, 1998)°— R /L X —/N—_AT ¢ U T H;
#F(Briscoe and Dunn, 2015; Li et al., 2014)73 EWEIAW D EHIZ T LSRR SN TE ., A TR FTEH L5045
B ClEA £ CLFFIH ST E ToMIEREIR O/ N S 228 E R E 2 m 3 b DI HA~IERRIESEIC 31T D L 0 RE 72205
K R RS RN ST Y (Chen et al, 2022), ERIGE 2 BT 2MBEARNLE L SN TS, fifo
T, WHBROM — BEXICER O LI TS EVERA R THS.

R EIRERZZISEZRBT H7-DI21E, BERBRARENTHMERS L. Z 2T, AR E
T B RKE 72O H% PoTiO; (ZAfT L 72 BEGHIIFSE (Duan et al., 2008; Minami et al., 2023; Minami et al., 2024)(Z33\>
T, H#h5[5E 0 2% 5 POTiO; DM HMER 72 P AT AFE R X O — BRUNBRFEDS R STV 5. FERE
ERFHEIC DN, HBEROIST] — O3 HEMRIZE R OT HOAR SN IEREEIRIC T o— R 72
WA TR S 7 W B IR AT ARHEN R ST DL BB EIRICERIC K & B ATR 201 2 720
JIFEEEN & EHE T T D 1 DICETRERE R EOFEEZ AV SIZE, 20X 20 THAMIZE > THID A
OB A SIS L, 5 & OFT AT oM L TEMET 2 MmN HDH. £, HR—EXUG
BEFEICBWT Y, FOREFITH D EBRMEICHOWT, EEEEER O OTHOAMMIC & » TEARRKEL D
L REREEBRBEBDLZENTEDZEWRENTVD. OTHOARIC & > THRFBEEOM — B XSS
PEZHIEL, K RERNEEGEDT2DITIE, BB BRUSE R X0 STl O 48 2 TIEMEZH S =
EVBRETHLD. LLEXY, ERZAM FOMFBERDOE 2D TAISHOTZDIZIE, IO 0T 0
AR K o THI D T FHVETRRE R KO — BRUSEFFEZ I S NCT 20BN S 5.

ZDE %, OFTHAMICE > TEN DRk eWVED (L%, S8RV - JEffi « HAMTOTARLENOBHEE LT
Bz IgOFT G T TR, ML, TFRIHT 2825209 HT =71 7 (Strain Engineering) &
W, TR AUTAFFE D3 T30 C U D (Chi et al., 2018; Lu et al., 2012; Schlom et al., 2014; Shi et al., 2019; Shimada et
al., 2021; Yildiz, 2014). I z1%, REAZREEERMEICTH D Silaxt LT, M0 TH 6 iy afkc lcaff Lz
Bz, HEEREFETH D3 R¥ v » 7 AME— Rixt LTEERIS, 2o KE <2 b7 5H(Shietal, 2019). 7
FHEMRICBNTS, BHITARIZ L > TERLE LI T 2 E N TE 2GR TH D EEMEN L HD
ALTWDA, B2, BiFeOs (kT 2 Pl EMOT HAMIZ KL o> TRERER A O FEE 03549 % (Schlom
etal,2014). F7=, BaTiO; HEMIIZxHd 2 RFTHIZRH LIABEMIC X - CTHREFEEIRD B R MH R ETi Kis 3 %
(Luetal,2012). ZDXHIZ, IEFHEEREEDIARkL M ELOMPEN AR L TSR T 5. FrZ, TF
TIXBaTiOs 7/ A > 7 L ATBWTOT & 10% % % 5 BRI AR 2~ LT SEBRpIBfEs STl b
(Dong et al., 2019), ZAUZ &> THERDOBICE 2B, FEAIGEEIC#ET 2 B Reiiih 2 b %
FHTEHLEEZBND. LT, MFEARTIE, Bl T72bb03% 1 faon|ik v Affioxt U Cieko
£ O 2R RIS MERO R & 7Bk — BB RSB RN BLIL D 2 & 23R 41 TH Y (Duan et al., 2008; Elangovan et
al., 2020; Li et al., 2021; Minami et al., 2024, 2023), JSZ7efliD 5 Ry DOOT B N2 7B O T Al L - T
TSR CER2BIR — BRI E R A RBLCE 2 aREMER H D, 2O L ) RIRFERICR T 2 B RER 215 H
L, 7LX T 7Nt —72 EOREFRFHEET A ADOFREMEN#ER SN TRBY, AW KRERETFRT 56
UV ST RAYE § R STV % (Elangovan et al., 2020; Li et al., 2021).

LLEX D, RFFRIL, SEFERICR LSMEHEREROTAEZ AN L, ZOBROIEIE BRI 2 25
RS2 2 & C, Wi —ERISE R ROR IR & T Rl O AREr 2179 22 HET5. LarLan
5, ABFEHMOZEROT-OIIT RSN 5. £, EEEERO X S 2 RNk LRI ER
ETHOERDREREAR L, T OEKHIICE R 2 EERACFHEI T 5 2 L IZRETH D, 207w, KFET
IXE T HCESSE - FHEFHREZ AV, OTHAMN FOBFERICOWVTRT « B LUl bl RE
%I LT, MEEEEROIFRIE AL J ORI — BERUSE R 2 TIN5, A EIS, O BRI 6 Asy
OHBEEZFFOTD, BOTHIREEDIZIAKA 6 HHEDOOTHZEM CTOIEMIEE RO — EXUSEFE
P2 HEBERAC R 5 2 S IR FEMICARTRETH 5.

ZIT, AFETEATL=2—F 3y MU =27 IZESHFE B LU E SRR &, BESh
2O HIRUTBT DIGTT « 53 OWMHE 2 BB CRBICEHE T 2/ AV—7"y FE—FEEE 2 A5
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Fig. 1 Flow chart of the processing in high throughput computing and active learning. Initial grids mean increments of 0.05
within the range of —0.10 < &;; < 0.20 (i,j = x,y,2). x and y represent the independent variable (strain)
and dependent variables (stress and polarization), respectively.

1= 7 — 2 BREVRE T R O BARHIMSIA ST 5. 73 ABGEHTBIT D SRR OF BRI JeATIIE
THE STV DI 2R IS E SRR T 2 72T, WIVEEOMERER 723D ATRE 22 M 78 £ 7 L A
T5. AFEZEMT 261 UTHEFBER PbTIO; (21T 2MN72 3 sy BT 2 am &2 ME L, EX-
BRI E R E OB E T L 2 L, R LT % POTIO; DU ARG OIRRE T 5.

2. THEBERYHTATL—LT—Y DEE

ARG IR B TR B L AR B 1= DT A A — T M JEBREEC L 0 SasEs A ST
e B OFHRARSETOIN T & BRSWmARD D, 22T, BI9EY, JEHE, BXORAMOTHRO 6 >R
IRy THERR SN D O T ARZEM % 1 DDOFESITHOWT N S THES L L CRHET 2584, 7 — 28T Ne L 72 %.
A TIEROTAHERE T2 EO GHRTHIZE2HME LTS 0, T2 HUIHEFICREL 2D, Flx
X, AR X 91T PbTiOs TlE 10% % #8 2 5 ERRHEOT AZ TR T H 2 ENERIMIZHL NS TND
(Dongetal.,2019)Z & <>, PbTiO; DIAFFABIMEZET A5 IR OT 7 20% F TOREIK THREIZEAEZ A 5415 (Minami
et al.,, 2023; Minami et al., 2024) Z L #ZJE L, KFOT AT OWVTEREBEDNT He; (( = 1,2,3)1T - 0.1~0.2, A
WrOd 7y (i = 1,2,3)1E — 0.05~0.05 DOTHEEEE 0.01 V> 7Y 7 LIchE, ZOOTHhT — 2 %EH
ICBW TR T — 2 0 E N© =39651821 /5L 72D, — %I, H—JFERRHEITFHE X F2EFICEL, Zh
b A DE AR AR OTHZE M 2 MBI HHE T2 2 LIZFEMICARFRETH D, £ 2T, FET LI X
LDBPEFEDOT — 4 BN T — 2 8T DB O TED 1 D Th HHEBIE (Tuia et al,, 2009) % # A4
L. ZOFHEILE T, &7 — X EMROCEET 5 2 L LI L TOBOT — X S 0% JFREFEIC L > T
PEENFET AR T 5 FEZBRET 5. 2%V, REFEZHWD Z LIS X > TtEE O A2 BV TRl
T HBCEE 2T — X M EENTHIH L, B EZITY . ChEifviRT 2 Lzl o TR sk T—
HROFHBEIZ L T, BEORERWVYERIFET VAR T 5. Lo T, ZORENTFE &S AV—Ty MR
HEHR 2SO T, IS CORMNGRIEN T O UK T 2007 & BROWMOT — 4 28— R
WZE o TRD T, B THE T /ST — % ZET BN A 2T 5. X1 ITREEE L 7o BRI O TR
Z7o—Fx— ke LORT. $TOEOOTHAUCBIT DIEH, BRSO Z H—FEFHE TR, b
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Fig. 2 (a) Crystal structure of PbTiOs. Gray, purple, and blue spheres represent Pb, Ti, and O atoms. The reference crystal
structure is defined as the paraelectric phase of PbTiOs. The lattice constant of a is set to the experimental value of 3.97
A (Shirane et al.,1956). Schematic diagram of three types of crystal structures of PbTiO3 among strain loading conditions:
(b) cubic, (c) tetragonal, and (d) orthorhombic.

BHET 2L L TAL=a—F VR y T =27 2SR 2 O TOT IR 20571 & AR BOE
IRETNEERT D, [BIRET VORISR 2R EICINAT 5 £ CTREBNZE 21T\ B 7o B 2 £ 7 LV &1
L, PR — BRI R 2 e KBRS S B A Bl R O T % it 217 9. _ERR DT — & BREVEMNE TR BT 2 1%
B 4 - O DFRBEHEHEAIROZEIC OV TR IR T

2-1 NARNL—Ty FOTHATE—REHER

X 2(a)iZ, SZJifh (Cubic) D FHEEFE PbTiOs DFEIEZ R~ . AFEHTIINL )7 8 O 35 FBAH PbTIiOs D& 29
TOOTHETH 0 DEEERGE &35, AR TIEX 2 IR T RS LR Y, [EHE, BLOEABOO
ThEAM L, ZEEERRICOEINAMEL TR L & L TEFEEHAEZTT . X 20b)-(dIS, 7R
YRS U CERE 3 By DB IIR Y, B A 5- 2 1o fE S 2 3. MERGEOS i~ DOBEOTH DO
I K> THN D FERAEEIX, ST S, 1E78h (Tetragonal), H 5k (Orthorhombic) @ 3 DDfERRIZK Sy S
%, AW CIEIEE 3 I K 20T AMIMEBET 572 DFE LT A A—T"y NOT HARHE—FHE
TIEOTHARDER L FEmRONINEEBET 5 Z & CRIBICEHESOHRRFTREL 70 5. 7eds, AT
MEOT RIRE LTz 3 ) OMNL A2 O A a B 8 L 7= ARSI OV TR RS K OV SR 2 S 3
D0, AECIIEEOT A3 o aBE LTSRN, M E I DTS EE L 22 D AMD 6 [y DUOT 7+
HERE LT — AR O ARSI T COOT BAM LR L OSSR ORFREIC X 2 FHE R OHIEIT EIZ OV
THRT.

2-1-1 VFHAERHE
KRIEHTTIE, ~a 7 204 MR PbTIO; DEFAEF L OVERMEBAEZ I+ 5 Z L 2 B LTOT
BB T DI S1, RBEFTS 5. AT CIRIS 1050870 & DB E D IERRG N E ET D ERRE
TEREI 2 fiEdT 2 729, FAIREE % L <FHlid % Green-Lagrange ON3 4 &(De Jong et al., 2017; Wang et al., 1995)%
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MWD, 22T, HERARL t =0 25 t=t T THIOREBICEET 2562525, ZOR, t=0 12
B DR A FHERLE L IO, X TERT. —FT, t=t (BT 2RELBUERE L FFO, ¥ TRT. 227,
FIMIRY M X LTOIFEOR X +dX 75, ThTh x, x+dx (IBELIZL &, RADHY 3o,

dx = FdX (H
ZZT, F IIBEART VYL THY, A TERSINS.

ox

F:ﬁ

@

ZZT, M LERART YV F IZHIGT AERENAS L, X()D dX IZEFERIO2=> Mt
NDENART MVA (i =123)%, dx ([ZEB#KRDOL=y MELDOELXY ML a; (i =123) #RALT, ¥
DRB)D LIRSS,

[a], a}, al] = F[A], A}, AT] 3)

Green-Lagrange DO H & [ X ZOERARLT > Vv F ZHNT,
1
8=§(FTF—1) “)

ERIND. 22T, 1 IIHENATHITH D, Green-Lagrange DONTH & [ TSI/ 6 Fr & H OB T4 & LT
b,

f11 €12 &3

E= [512 €22 5231. Q)
€31 €23 €33

ZDLE, ~RIRERARLT Vv F IIMSLR 9 B a o7, OFT hellxt 3 28R AT v YV Fa—

BIZED DL Z LIITERV. LnLen s, F—HHIT-CRF ROV I 2 L—3 3 BV TIERAR T

VIVERKFTEINIE 725 KON EM 20T 5 2 & T, FE—RBIZRET H Z &N TE H(Wang et al., 1995;

Parrinello and Rahman, 1981). = OIS IETEARLT o V)V % F = RU L AR L T-BRIC, BHAEEET > L
ZR=IL LTV Z L LR THD. LSt @)D,

F?=2e+1 (6)

L7220, A=2e+1LTLIAPMTIIAD LNV ATIINETEABLT > Y IVF &2 % . 2O & &, BERIOEGHT
FIAITHRFERTIETH Y,

P 1AP =21 (7)
Zii7= 7, EAATHIP & ADBEH A RS S DX ATTHIA = diag(h;, - )DNFET D, BRAET v Y VFD

YRR IR BIRE N G, BT ART v Y VFOEAMA A > 0T D52 &, VA = diag(A, -+ ) & 72 D%
115 % AW CEEARE T v Y VI,
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F = pJApP! (®)

EERETLIET, —RICRDDLIENTE D, 2T, —MRARFFRIED RWVETRLARIZETI Y 5 O 2
BARFSAF OHIPH TIXIEGFATHIAD IEE AN IRFES TN D,
3G DBEOT HARSEETIE, & TXG)ICBIT L BEOT HERTRAMSDOHETS.

&1 O 0
&= [ 0 822 0 l (9)
0 0 &35

ZOLE, AITATIICHOP =172 50T, BIRART Y IVFIIMSIe % 3 2OH b5, &(6), (9)&
Y F73 Green-Lagrange 07 £ 2B E(10)D L HIZsRD BN D.

NTES 0 0
F = 0 1/2822 + 1 0 (10)
0 0 N

PLED X ST, F8E LT 3 iy B L6 B DA OT T vV WIS T D ERART Y )V F 2 (8) LV
Kb, ZHEXOWIMRAT S Z & TEBROK THEE ETNENG 2D N TE 5. HERETH 2 HAEM
(7J78h) B OERHOMHE (RidR) I LT, A7 MLEREE L CHERFARE OB 21T,

O HAN BT 2 RrLEfsE (RERTEE) 2R 5.

2-1-2 VFHARDOAFE

NEITERD KD TRRBRED EVMEIEIC R LT 2 0T Hrez A LIBIEITKT L, £ OREE O R FEO SR
BaATH &, BRD0THe’ ICL - TRENDEFRHENE A DND. O & 5 R EHRERECHEMERED, &
SRERFESR D 3 D OB 692, FAlhi 22 8h 0D 284 & S FR7R B D ffinds L OVE N 6 DIAGDHRIZ I > TRETE 2.
B b AL D BTG B IE (Z W T, SO ZZHAIZ K- TRD 6 DO OTH TR SN HEENETHRR L 72D,

€ = (&11, €22, €33, €12, €23, €31)
&4 = (€22, €11, €33, €12, €31, €23)
&p = (€33, €22, €11, €23, €12, €31) (11)
£c = (€11, €33, €22, €31, €23, €12)
&p = (€22, €33, €11, €23, €31, €12)
&r = (€33, €11, €22, €31, €12, €23)

BlIZIE, € & g TX1HEE 2IORMEZEZ TWD. £, BIOREEIZ L > TRD 4 DOOT HTRENDHIHE
ERETERF LS.

€ = (&11, €22, €33, €12, €23, €31)

& = (£11,822, €33, —€12, €23, —€31) (12)
&1 = (811, €22, €33, — €12, — €23, €31)
&m = (€11, €22, €33, €12, — €23, —€31)

B 21T, € D g ~DOEHTIE, 1 BIOKEEEEZTWD. LLED XL 5 Rl b sk L OE Ofaab
HEEZDZELIZEST, &K 24BY DOTHNT R TC—oODORFEGEEEZRT. bbb, ZhboxFM:%
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(@) (b)

bias
, weights b
@ @
output §
inputs«@ s @ z ‘< ‘
@t @
J

input layer hidden layer output layer

Fig. 3 (a) Basic architecture of a perceptron. (b) Schematic illustration of a standard neural network. Each circle represents a
perceptron.

EZETHE, HH1HOOOT I & BREE FTOREIC L - TRK 24 MO OT BRSBTS G C
5. RIETHRARZZMFEDOERICE T, BRITRUVINIZ2AEEORFE L, & FEHE 27 —#
BMAHET 22 & T, JARROTHRZEMIZBIT 202 RACE R T RN TE S,

2-1-3 FE—REHEOEH

ARIEATIENL T G D H 5 BEAH POTiOs DM EZ T X CTOOT B A 0 OILEEE L T 5. #EEITFERED
a =3.97 A (Shiraneetal.,1956) % FHV 5. ABFFETIZ 2 (SRR ST LR Y, FiE, BLOEAWDOO
PTHEAN L, SRR RICOE SN OEEE T L E U CE R AT O . AT CIE, X 2(b)-(d)ic
ARG A 1L U & T2 SRR R IS Ky SN O EIE A TV & LT, 3 ROTEIBER S AT 5.
7%, JRAEERICBV TS DIV EE N EL ER ARG 25 Z 2 2 <Tew,  RFEER O HR-1-HE
L LT, FEZ DTN T S EEED DR FREEREM 21T 9. £70, 15OV bdn & O rrED
5 AREA 15 STV SRS 28R LT 5.

AWFIE T, HEEPLBIE RS (Density Functional Theory; DFT) (Kohn and Sham, 1965), (2362 < 55— JFUBRfENT %
1T9. HEFOWBIBBUIIFEEEELHWCET. FaEOD v MAT7 X —%, T XTOFREITHBNT
550 eV &9 5. JRTEEENEDOE T DF#% Projector-augmented wave 1% (Blochl, 1994)I2 & - T L, &E1D
B A OWTHT AT 5. ABHTIZB O TS & L7z PbTIO; O 3 O FI28\\ T, Pb Tl 6p,
6s, SAELEDFF 14 HOMIEFIZOWT, Ti i1 TiE 4s, 3d, 3p, 3sfEOFH 12 HOME 2oV, O K+
Tl 2p, 2sWIEDRF 6 ADME FIZOWTHITZ1TY. 7 U AT Y = NOkRD53ENZ-DVTliE, Monkhorst-
Pack @ J7#£(Monkhorstand Pack, 1976)% VY,  4x4x4 O4E AT 5. Tk A TR HARBITE CH 2 [T
2 FEYTEL (Local Density Approximation; LDA) (Ceperley and Alder, 1980), Perdew-Burke-Ernzerhof |Z & 5 —f%{b AL
Il (Generalized gradient approximation; GGA-PBE) (Perdew et al., 1996){Z 2 - T L 725855 EAH PbTiO; D1
TEE & PR ER & RSB D PlRET A . AR IR, 2D ORAIRRE, BRAVRHEIC OV TL Y &
<FHlid % LDA Z W 5. £7o, SO OWT, fEITE LV RIRDOSWP X, O m~DTF5P; & BT
DIEA~D T EP, DFNITRSIND . BEILED D D RDOEAINTE R LT, BOSHA~DOTEP; 2K 5.
& 5|2 Berry fii4H(Resta, 2000)% T, B OO A~DOEF 5P, 2RO 5. 708, FNTIIEE —FEFEILH Y ~7
I @ VASP(Kresse and Hafner, 1993)% H\ 5.

JE T REERER I T R AEE 2 O, TR < OB ARMEZ31.0 X 1072 eV/ALLF & 72 o - B sl CLEEREE DS
"ol LHWTL, SHREK T 5. £z, 3G OOTHOAMRFIE, {-0.10 < &; < 0.20,¢; = 0.00,(i,j =
1,2,3)} &L, OT R8I 1% BBt d 5.
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2:2 BEFEETIL (AI=a—3)I3y k7—%)

BmeEEET L e LT, AL=a2—7 /L%y kU —7 (Artificial Neural Network; ANN) (Chenetal.,2019)% Hu>
%. ANNZIAE, E, OB ofksnd sy NU—27ThY, $IBEN & IRIEER A A bE T
NR—t T "a U EEABRERE LT, ZThbary NU—2RICHAET 22 L2k v, EHIERERIR A &
BUATRBIZ LB B E7 L Th D, K 3@ICEAERER TH L/ \— 7 e OiiELR~T. N—k7 hr
NIANER 2 12 LCTET, X3 TOREND LI RT 7 4 VEWELT.

u=Wx+b>b (13)

ZIT, x (X, %0 k) IN—EF b A~DANE, W E b ITENENATNIKT DB LN, T A m K
T, w (TR U TIEMEARBISL f(u) Z W CIRIEAHZATV, HzaRD 5.

z=f(u) (14)
AT CIIIEMALBIER f(w) 1338(15) T SN D Rectified Linear Unit  (ReLU) (Agarap, 2019) & 9 5.
freLu(w) = max(0,u) (15)

X 3(b)iZ ANN DOFEAMEEZ /7T, ANN L, /S—k 7 hrrZ@koox v b U — 27 RICEEEA S DY T-E
TNTHDH. TETMIUIKREL T TI2OENRH Y, ZNENANE, EHoTE (BiveE), HokE &M
. MPEFEATRLIEANBITET VICHT 2 AT GIHER x) 22 TW5ETH Y, ANEROWTT L [
B NX—7 ba RSS2, IFBEATORLEHABIZET VICE S THIE y 2H 1758 TH
0, WHOEHOWTT B LREO/S—ET ba o THERRSTLA. ANN 2 WZ[ER T, o esE 14
UL ERREHR D i CTHD. 2FE 0, WHEHE T MSEROYEL T2 LR THD. £Te,
B Rk KOk TR LcHhfilE (BivE) IIANBRIDRBOM IZ AL+ 5/3—87 ha o THIR S
L. INHOFEERWD ZLIZE T, BT MIANPDRHEEA TN T2 2 &0, 7T VO AR
TBHZENFHREICRD. ANNIZZ DL 9 2 EEIC L - T, AN OIEEANCEROFRILZ 28 L, B2 IER
FEBWRAEET M T D Z LR AREIC /R 5.

ET VDAL 6 DOIMSLIR Sy % £ Green-Lagrange DONT A7 Vv e L, AJIEO/X—& 7 o 40T
6 0LT 5. £, ETNAVOHMNIGMA~T by QRS LIibhT Y (6 HGy) O E L, HITIE
D=7 b T 9 0L T H. R THITOMR LT 5 3 g OOT HET LTI 6 BORIVEN SRS
ETNATHY, FREO =7 ha N 512 0T VERHTS. £, 72 Y5 s KLoii
ZOFHmZIZENENRA6), (17)THE SN D Mean Squared Error (MSE) Z V5. S SICERLWHETHD
V&7 & RO RAZE 2 BT RHE 95 72 012 (18) D & 9 12w, B8 L Vw2 & » THEAT T 21T 5 Z & TR
Lwy,ws)&ET 5.

1oy 2
MSE, = %ZZ (yi,j _yi,j) (16)

i=1j=1
1 n 6 - )
MSES =a Z(yi,j_yi,j) (17)
i=1j=1
L(wy, ws) = w, X MSE, + wy X MSEj (18)
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ZIT, ENEROERIw, =100 (C/m*) 2, w,=1(GPa)2 & Liz. 27T, ¥EHT —¥ CThHAF JFI
FENTEHR ORZEL, TGS, ST £0.1(GPa), T +0.01(C/m?) ThHDH. ZOFEET—HX BIRORE
TR T2 @RS C OB TP BN 20 2 L 2 B L, BE T L ORI BIL (wy, we) D
ERFE R RREREE CTH D 002 LLTFICNRTHETITo7z. £/, v NV —7 OBEAORE{LIZIX
Adaptive Moment Estimation (Adam) (Kingma and Ba, 2017)? 1 C &% - 72 RATARIZHE D 12 < V> Rectified Adam
(RAdam) (Liu et al., 2021)% =, X DOZATT — % OB O EZ L CTETNOEEEITH I =y
FHEENNI =Ny FHh A XL 64 & LT SHIS, 1y MU —27 OFEEERKOE 213 Pytorch (Paszke et al., 2019)
i LAY

2-3 HEEIEE

AElh 7Y (Active Learning) & 1%, 7 H OFE FEOFETHY, FHT7 /LT Y XL REEICFEIZHH
T — A ERIRT HFETH D, ML 6 By OOT HATIZ L 5 000 J17e £ OBt &% 5 — B HE N D
KODHGE, 1 DOOTHEFNIKF LT N mOT—F\zitfiT 2 /ETH L, dETINEOH LT —H
FUE N6 Rl s, giko & B0 8 JFEERIIIEFICHE 2 X MAEW e, T —F EZRNOETOOT B
WZBT DT — X T D 2 LIIFEEMICARTRETHD. T2 T, dHT20EOH LT —X madliEd s 2 &
ZHME LTREEIE 2 WS, £7°, DT =X S bETAOEE T, REEEORmWT — 2 S &6
BB L > T T 5. RICRIEFEMEO BT — & Ukt L GEINTCHE—FEEEHE 21T . BNoT —# 5%
EOTHEET VOFE TR EEIC L > TTF —Z SOMMEIT) 2L 28032 LT, LobhhnT—
HROFHBEIZ L 5T, TRRBEORWET VEERT 5. BREIFE I8V TEEILT ¥ 7 /L (Kittler and Roli,
200003 HWBILD. T Y T IWEIC K D REENEEE L, WIHED R 5B EOET MK LT, [F—OHKEIT —
B EfB S, TNENOETANRRLBUETT — 22252 LI > TETFADFRMEAE AT E LTHERDY
Wo. ZhCk-T, THIEORHEN S ZFHMET 5 2 ENTFREICAR Y, FNERE L L CBINTE —HHE %
117 =% R EmHT 5.

T B T MBI L A FINEE AT, £, 2 1 HITTR LU 3 OO BBz BT 0.05 BBl L L
TOTHREEZNHOHMT — 4 92 343 5). KIS, T I 7 METHWDPIEO R/, 2- 28 TRL
el =Y A ADANL=a—F )V xy NT—27FTVE 10 fEERL, &ET Mk L THIBIOBETT — & T8
ZIT9. "MONFEHEAET MK LT, OTHZEMEOT 2 0.01 THEERIL L7227V » RIZBIT 2758 (3 [k
) LT (6 54y) OTRMEZEST 5. Zhgk 10 HOET I L TEOT B € OWPEE ¢ (i 1351
BIROIG) TRHEOY) ug EAFHERZE o, % RD 5. WIZ, FOTHAICBTHETLVOHINICH LT, K
(19 TRENDERNMEREL, FOTHROT br b — H, ;2R Q20)D X H1TRD 5.

exp ERACYS 19
27-[0_2. 20-2. ( )

P, (Vle) =

« 1
Haldlel == | p,Glo)In{p, @1e)}d9 = 5 {1+ In(2rn0%,) (20)

KIZ, TV bR E— H,, 28O0THREORENSE LT, =0 ha—0ff 3 H,, OKREVIEICOFHO
RIFRMEZ EJE LN 72 O i & 15 SR ONVEN S B FTICHETT — 2 12BN 28845, 72120, #iias
N5 SUZBRICHEEN T — X ICEENTW A RLUSANDR ET B, ZOFTIHEETT — Z 12BN 5 O T B DM
THFEEE 21TV, TOFERBREOSHE X WS 28T — 2 BT 5. ZOH - e#iiT — % % v
TRBRICEE 21T WVEEEN S IO L » TF — 2 S i+ 2 FlE AR 0 &5

R AR ZE LR T T L OFF R A AT LA 7] £0.2 (GPa), 434 4£0.02 (C/m?) %74
ZEHMEL L, TP TMEIC L D 10 [HENENOBEE T VO FRNED Z OFREFMERIPHIC 95% DRt
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Iteration

Fig. 4 Maximum entropy value of all strain points at each step of active learning. Iteration represents the number of active
learning steps. The black dashed line is the entropy threshold.
(EMDA C2oDFH) TILE > TWDREBEFE N T LICIREBL LTRET 2. T7bb, 504 ¢ T
DIGTT L G RB O sy & & OFEHENR 75 % % IV Z U0, stress e polarization £ 45 < &, 20 seress = 0.2 (GPa),
20, polarization = 0.02 (C/m*) DA 27 LTZBRICFE NS T LIcRig L 70 %. Zh &Y, HOTHRIBT D
TV N E—ORBIfE Hy 1305776 G &30 3 ity T L ICEHE L= b e B —0ifn 3 H 005, K21 % H
WT

ch = Z Hs,stress + Z Hs,polarization

stress polarization

6 3 21
= E{l + ln(zno-e,stressz)} + 5{1 + 1n(2n'o-‘t:,polarization2)}

= —14.86

ERFED. Lo T, BEEIFEHOBRIIBNT, TRXTOOTARIZBIT Y bt =02 OBME Hy, LAFIC/A
D EREEEE AT T 5.

P ED XSz, RBFFETIE, A A—"" MNE—JREGHE & REEIE 2 0T A ORFMEE B E L2 5 2 THl
At 6 BHEOOTHRZEMICET HHMFEEWIETRITT VA BET 2700 FikmE R L-. KET
IARTERROEAE « BOWEERGET 5720,  OFT AR 2IREEER PbTiOs DIEMIE I FINE 72 H TN
BRI S BRI E~E L, 2D OWMET RIS & 7L 2T 5.

3. MRITHRLER

3-1 BEFTZAVEIHRIDVTHETILOEE

A AN—T" sy O AN E B & REEh T E A A S bR ERE O T, BOT A E ST O
T AHZERNZIUNT, PbTiO; DIEFE BRI E 2 5 L OT IR T DINE DRI FE TE 5 2 & A MGE
T4, RETIEET, BEOMTHIEANHTHO0THAT —FERZHRE L, RFEZL>TInE+7ICH
BLCE D007 EET VEECE D0 ERGET 5. I HIC, TFPMICHEBERAMIKETH LR T Y UL
#i 2 B 58 L7 Bifh5 |58 © A (Minami et al., 2023; Minami et al., 2024), 725N, =X X v /LEEZFIHA L
N OTHARMTOENZENOESHBICE 2T A M T —42 L L, AFECIVELNTHEEEET v
THEEEIZOWTHGEZIT S . 728, AFEIZBIT 57 MEBIOT v VI VOEETE 2 (R EAREERIZ
o Rl % Vb S N
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Fig. 5 Predicted values for all samples plotted against their true values. Predict value &;

jo

and P; are evaluated from the

machine learning model. Small deviations from the ideal model (black dash-dot line) are observed, indicating that the
machine learning model fits very well to the dataset. R? represents the coefficient of determination.

3:1-1 EEFREEINLRLEEHER

X 4 \ZREENFE DB AT v FITBIT HFEEHET LOEOT M (29791 4) O=x v b o B —Dx KMEE R,
728, OB IEERN R 2K T A Hy THDH. = ba B —ORKEITEERNIZE 2T v 7 htETelc
O T L, 67 [01H OB FE CREEZ FRl-> 7720 B 24T L. ZhbofERITEn2n, sEEEn
EFIATONZZ &, BRELIERBEOHIM FEET AR EONTEI L AR LTS,

SITREENFE OFIEAT v 7T TR LN MREE T T BT 5, FEICHWEEET — & S s =7
KD TR & ORRERT. Teds, FPNEBOEM v ICxHT 2827 Lo FRlEEZ 5 &L, THlE
EEMN BT HHEAKTOME 1 o—mR Ec Ty FERD. FXE D SWMEEIZBVT, B &
HET VLD PIEOT —2 10T E A E S8R EIIE L TS, &5, P TR n s e
BER? 2R LTS,

N2
Rz =1— ZS(YS,L' - ys,i)z (22)
Zs(ys,i - 3_71)
T2, You ei EENEAOTHM & ICBTBMMEM @ (1 HISHB LOWRORRLY) OIS L T,
IR Z & OROT HREICZRIT 5 EEOEERT. ZOWRERK R 1L, BT — 25T 5 TRIET
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Fig. 6 Isosurface and distribution of predicted stress and polarization in three-dimensional strain space. Upper and middle line
represents stress o;;. Lower line represents the magnitude of the polarization |P| and its direction <P. 6 and ¢ are
the polar angle and azimuthal angle in the three-dimensional strain space.

NORIFROBEEEEZEZITHRETHY, 1 ITEWVIEEREIFROBENEBN E2E£T. FREY, REREIIIGH
BILOGHIZBWNT LIZHIWVMEEZ R L TEY, T _XTOHERT — X 15 U TSRS T L8+ 508 %
ITATWD Z L&, £z, AR THEE L TE 7 1 Clk, BEOTH 3 O OTHEKE 1% T
BRI L 72 BR OO 2 29791 RUTKE L CREBN - H O TRER THFEICHW T —Z Ofi%uE 5465 i TH Y,
REEIFEE Z WD 2 & TO (BOTAHZLEMT — % ORI 18%) DOIRLITZT — X OFE TIA K2 O AZE /%t
L T2+ R C& DA T T VAR CTE D Z LN MR T 2. 0B, ERiZO Atz B8 L
T — 2B TH Y, FEERICE - JREHEEZIT 72011 1089 .5 TH D5 (BROTHZEMT —Z DFI3.7%). T78b
b, FEEhEE &FMERIEOMEIC LV, FTEANTITED 3.7%DFEERUC & > TEOFHRZEF O T T LA
FEIMTATWAD. —5 T, BREEEIC L 2 HEBEOBRIY, #8787 L CRELT 2O REEIIKTT
L7=bOTHY, RZEMOV 7Y o 7T —BICEE LRV AITEETIVNERS D, RENGIIARETED
TR T MO TR ZAT D .

3:1-2 BWWFEEETINERT IBSTOVTHT—FERICETSEREMISEHEAR
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Fig. 7 Predicted (a) stress-strain curve and (b) polarization by the machine learning model for PbTiOs. Blue and red lines are
evaluated in the machine learning model. The shaded region represents its standard deviation. Black solid circle
represents the calculation results obtained by DFT calculation for each point. The machine learning model reproduces
DFT calculation results well.

B 6 (CHITHIS THEEE L 7B 8 £ 7 VI K D 3 iRy DIELOT AN T D EIEIE 0y, 0yy) 04, T AW
VT Opys Oy Oy 16 L OGHBEAN Y S IVP(= (P, Py, B)) DRE S|P| BRI & LTRL, £ L THMNZ FLPOD
ExxEyy HICISIT Dey fil & DAFER ¢, exyme,, HEDABEE G & LT, 53T MLOFHELPIZONT, ¢B &
PODRE S HBOTHE L RAIE LTRT. 7ok, FEHEISIIFE-60 ~0 (GPa) DHiH T10 (GPa)f#lZ, 0~20 (GPa)
DOHFiPH T4 (GPa)FOEEI 2~ L, AW /11E—5~0 (GPa) D#iH T4 (GPa)fF Dl 21, F72, /i~
7 MV DRE S130~1.4 (C/m?) DHIPHTO.2 (C/m*) D Z s . ETREISS) 0, ITERT D L, FHEH D
ZEIR DN D FE & U TIREOT 7 g, (0 L TRKIE L TOD Z EDMERTE D, MOEISISY 0,0,
IZOWTHIAREID, T8 LT ey, e, CHURFLTVD Z MR TE S, T, FIEAMMIE AR
FIENZEENAEL D (ARICHIET 2mEOT AN ELE LTHENT5) 720, AEBREEET L5 PRI
ISERHEIIARS GBI OZ N & BRSFNET DD THDH. Fio, TEHEISTOSAEH S EOT HZERIZ I CHlfi
1L 72> TND Z &G, B TFEET ADNIETI-OFTHISEICB T D E 2 RIECE TVWD Z L bR T
5. 708, WAMIET )0y, 0y, 0, \ZOWTIE, BEEOT IR 5 AMIE ) OIE DN EEIS N~ THEFIZ
INSWZ EDPFERTE D, 7 ML OREZ|PIZERT D L, SEROTAEIBIZEB W TOMDIRE AR E <
LT EDHERTE S, iU, BIEROT A (REEHN (12X - THOMmAEEKT 2 — 7 EEBIGE DR & —
BLTWD. Fio, BT MLVOFHRILPIZBWTPAZAEH T 5 &, HEOT Fre,, OAM TR KT L T
WD 2 EDHERTE L. DR Py, P, [ZOWTHRERIZ, €y, &, [ICRKFLTND Z LR TE 2.
— I, TEAEMRESIEE RO B RBINCOTREAAH Y, BIIRAMIC L DHFIROE M L v Ry
N2 R LA, ERRO O IS 205 R OAENEE, Z OWBRIRE L L<—BLTwb. LLko
9T, B EET UKD FRILZGT), ST bR EAR R ), BRGSOk
HEEZRSKRLIELOTHD Z 0D, M EET VORI IE LWVEXMWINEET LRV %
ALTWD. LIBETIIAE TR LT 3 sy OFE O AT L 2 WM TR B € 7 MZ DN T E BITHRFERT
.

3:1-3 HESIERYBHTFICHEITIEBHEPEBEVITAETILORT

IEATTRFOIFEEM PbTiO; (XL T, A7 Y U IHEZBE L T z HRIZHES[5E Y O3 A& Afr L= P
HIRFE(Minami et al., 2023; Minami etal., 2024)(233V T, PbTiO; DRI HMEL TR, 36 X ORI
W —ERISEREIVR SN TS, REICIEZ ORI OT Z B OIERIE IR &) 2 RIS DN T,
PERC L 7o 78 £ 7 L COMBIMEZRGET 5. HRFEET VBT, £7 g, =0.00 DFRMFEIZEBNT
Exx = Eyy = Epoisson 2 & = 0.00 (i # j) DFEMHDEH ET 0y = 0y, = 0.0 (GPa) L7822 epgisson ZKDD. 72
B, Epoisson V% z HIFIFI5E O AMIIKI9 5 HEE J 0D Poisson 0T A THD. DXL, ZOBEICBT2I0T >
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Fig. 8 Predicted (a) stress-strain curve and (b) polarization by the machine learning model for PbTiOs;. Red, magenta, blue,
purple, and green lines are evaluated in the machine learning model. The shaded region represents its standard deviation.
Black solid points represent the calculation results obtained by DFT calculation for each point. The machine learning
model reproduces DFT calculation results well.

Vvoa, BLROGWAZ MV P ZRDDH. ZHbOWEEEL 0.00 < ¢, < 0.20 OHIPFHTOT A 0.0057 &1
RKDDHZ LIZL ST, BTFEET BT 20 TOT BBk KO OT REfRE Rk 5. e T A T
— X TH 2 FATHZERE Fo(Minami et al., 2023; Minami et al., 2024) & [l 9-5 = & C, #RFEE TNV OZYS M %2R
A4, i, AT CIXETAERE PbTiO; & AEVEREE & LT Green-Lagrange O A& Afif L CWD—F, ST
AFECIIRFA=EFE PbTiO; ZHVEREE L L TIMUVNOT R A AN L TS, 2078, SATRROMINOT 22
AN PbTiO; JEUED Green-Lagrange ONT A (T8 HE L CLEIE 24T o 7.

X 7(a) S THFSE(Minami et al., 2023; Minami et al., 2024) & [FERIZ 55— FELEHRIC X 0 15 S 07 4 & s
BT ZEIT DICTOTHREREZ T, 2k, ’POHERITIFEET VL DI OT REROEIGE, EEA
AL T ME DFEERZE O stress, seml T — BN 2 o7 2 b7 —42 5 (Bfl) 2R7. FXEY, ik
FEET L > TROIIEITTOT HERIZATHROIS T OT AR E L —HLTWD. Zhud, #Es
ET BT S PbTiO; ORI TR A R 2 5 Z LM TETCWAH Z L 2mRT. F£72, K
HETR LEERAL FRET 2 M —2 LORBEZ DT NIRRT A TIENOEERE YD § REVEEZ R L
TEY, ET VO THEORHENS ZFHIT 2 Z &N TE 5. X 7OIZHATIIE & [F US4 1T - 72 Tlifiat
BT WS BT 2 0BOT AR E R T, 2B, KPORITFE T /T L 5 0BOT ARO[
Jik, BRITE T X N T2 N, AR AT T OREERZE 0 polarization 239 . MLV, HbFHE
ET IS Lo TROTBOT HEURIZ AT D R OT AR E K<~ L TWnb. Fe, KPERE TR
AR AT RIS DT> TH/NS S FHMEORENHo BEWZ LRSSz, ZhbDZ &k, ABIFET
VERR U 72 B2 £ 7 MZ B\ T b B THFZE TR S AL T2 5 1BE U O AT ) 2 HAR I RIS <04
MO E ZREE L TRl - FMETE 22 L AR LT 5.

3:1-4 IEAXIYIVTHARTICE T IBBEZ VT AETILORKREE

SRR FEAH POTIOs 123\ T, bR Ic = B4 % o v LR 24508 L 72 NS T O ORI L - T,
SRR LD IFE D5 (100) 77 H(110) 7 MBI D o 5 Z & A3 H AL TV S (Angsten et al., 2017). 72385
TEX T VR LI, FREO M BICEIR A R S, iR S R E ORI TORTFAEGIZLY, #
BN THIR D REROT AN EZ AL SELFERINFETH Y, 2RV ENOTAEEST 5. K
HITIZZ O v P DYDY LIST) Oy, 0y, Oxys Oz Oz DEALOFFBLRIREMEICE HE B X,
WEGE U T 8 e 7 L & 55— JRERAT OFE R & iR AT\ OS2 RRGET 5.

BB T T MIBNT, T gy =&, =000, &; =0.00 (i #)) DEAFEDOHET g, =0.0(GPa) L7225
€27(= Epoisson) ZRD L. DXL, ZOWEIZBITL0BX2 ML P, BLWSHT Vv 6 ZRDDH. Zhb
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Fig. 9 Predicted piezoelectric coefficient e35 distribution in the three-dimensional strain space. The three-dimensional strain
machine learning model evaluates each piezoelectric coefficient. Red circle represents the maximum value of e; inthe
strain space.

OYMEE T X X2 VOTF Eepitaxial = Exx = Eyy (ZOVVT, —0.05 < Eepitaxial < 0.10 DEIFATUT 7 0.005
TLITRD D T LITE S TEE S F 2y VOTHANR FCOBRMEE T T /MBS 21575 L0%ME KD 5.
A THFSE(Minami et al., 2023; Minami et al., 2024) & [FIEE ORI S4 CITo 128 —JRERH R R 2T A T —42 L L,
TIVEHIRE T T S LD TIRMEA T2 2 & T, BT E T T L O ERETT D, X 8(a)l IR
T A NT =& LHIREE T UCEIT D 0BOT HBERE ST, Aok, ITMORITTFEET M K D OK AL
53 EOFTHBEHROEYFRHE, B3 — T 2 b7 — 2 1, EEERIE TREOEERA 0 polarization X727 -
FR LY, BEEET MK > TROTZROT HBHRITE LT 2 b7 —F OMOT R L K< —#
LTW5. ZiuE, BFEEET VBT E XX v v LOT AAMIZ LD PbTiO; DO R E X D2
B LOREHU G 0 D DML 5 2 L TETVAH T L aomd. F7o, RIFWE ORTHEERZT 2RI
DBleo THA/NS S FHREOEER TRV LAVRENTZ. K 8OIZE —JREET X b7 —& LA EET L
CBTDREEIES] 04y, 0y EEAMIET) 0y & TEXF LY VOTHEORRERT. 7235, KPOKITFEEE
TINZ K BIETIOFRSY & OFTHOBROEYTHR, BAITEFEET 2 b7 — X 5, EEAERT T HIE O R
7 Opsress @ 2T, FIXE Y, BEFEET MK o TROIIEN EHANOTHOBMRITT A hTF—4& & < —
HLTWD. 51T, TAWIET 0y, 0, DBIRNE W) BHICOWTHEE & T L ORER—FH LT
L. ZHUE, HEEET UICEW T POTiIO~DOHENE T OTHOAMIZ L - TotBrmng by,
BT Oy, 0y BRE LD, BAMIES 0y, PNENDEHME TN THELIRISZLTE VDI LR
R E T, BTG TR IR S LRI DTz o T/ NS < FRMEORSE S+ BN 2 EAVR ST
INHDZ LI, AWFGETIER LBk 7 WS B T b S THFZE TR ST o8] » B 0%
USRS IR A RSB X TS 2 2 & & T

PLEZSOREEC &> T, WELIEBEEE T 7 /UTBN T, ol KOS OBIEELS, Siog)y &%
Y OFH, SRSEOE DI KD NFNEDOEDRER S FHMITE 2 2 LAVRI Tz, AR EE
TNaEMND ZET, 3 OOT RIS D EARIR ) FIER RN E e FH IS 5 2 L A FTREIC /R 2.
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3:2 BMHFTEETINICLZIESDOTAHAERICETIEER e DVTAHREIL
ARG THER L T2 FEZ W TR S O AT LV ZIGHT 2 2 & C, JRRZROT AL T D8k~
TRPEIZ DWW TR L O T& 5. AREICIIREE LI E O AT A ZISH LT, AFSETHEE L
TV DR BRI POTIO; O ESISERFEDOHF TH, TS (Minami et al., 2023; Minami et al., 2024)IZ33 T
PbTiOzldz HIAIDHMEIS[IEY OFHAMIC L > CHEAM F LD b REREESEZz AR TZ b, EE
ey wREH & L TOT i b 21T 5. EEREes 1 IQ23) TERE S NLD.

dp,
633 = d_ (23)

SZ 4

3G DOOTHET NE NS EREOT H 3 Al O AT LTSI 6 5y & 53R 3 5oy O FRIED H ) &
ho. ZOETVEMNTHDOTIRE = (g Eyyr E,,) ICBWTIREL T Bre,, B HAe,,, 20e,, 720 HUNELS
IR TGP, ¢, vine,, (| = 1,2) & ZNENRKD, BEOT Fre,, DRI T 2 0P, DE LR, T/
D BEER e Q24 TR INDEZFENLRDS.

Con = _APz,szz+2A£ZZ + 8APZ.£ZZ+A£ZZ - 8APZ.£ZZ—A£ZZ + APZ,SZZ—ZASZZ
33 —
124,

24)

PLEDFIATAE,, = 0.001 & U TIEEREA 3 i DOOT HZEMTOT 4 0.001 Z &I1ZRD 7.

9 ITHEE LT B O AT T /ML D 3 iy OmE O AN T 5 LB R e, 2 i & L TR
I B, EESAENT0 ~18 (C/m?) DO#iPH T2 (C/m?) 50 S 2 7157 9 INBIEOTHD 3 5 E bIE
HEOT AR T CRICE B ey s W REL D Z LR TE D, ZOEMEBIIXN 6 DSR2 MLVOLT
£ £PIZI\VNTHRROD 5 1A A3EEAZ B D o> TV D ik & SE L, 8707 [m o) v b v skl s
THBICENPRELS DT ENG0D. EHIZK 9DRKFTRLTND LI, 3T DOOTHET VINbe, =
—0.061, &y, = —0.070, &,, = —0.042D VT HEMFITI W TIRKR D LB Ees; = 17.52 (C/m?) & FHISHh, ZoD
TEITEEART T TO PbTIOs DJEEARE D FBRI 55 = 3.35 (C/m?)(Li et al., 1996) IZH~THI 5 15 & FERITRE W
EEHOND LET I TTFHITER., ERICE—FEFHREICL > TEOOT AR TOEEREEZ RO L &
e33 = 17.96(C/m?) & HERFEE OF HET A0 DA DI HUE & FREE DA Dz, —IZa A R OENE
BRSO — B B CIA R R ONT AZERNC I T Dk & 72 D ficiti 70 O3 BB S 2 HR5E T2 OITIEFEITHE L V.
LN LABERER L IR L > TELNZET AV EH WD Z LT3y OOT HZEMICEBIT D OT Bdci b a7l
HEL /2D Z LAVRENT.

4 #®E
AFETIE, ANTL=2—=F 03y bU =7 IZESHBFE B KO U ESCREEIFHE &, faEshizod
HRNCBT DIET] » EOYEEZ BB CREBIZEHRT 2 A ZAV—T"y M- FEEI R AMAG DR, Mk
N5 & T — Z BRI OFE L IO AN ETRITFHEOBIRHOMSAA R L2, S 512, MR LIFELZR
TR POTi0; (2381 D HIE O 2 3 sy DRMTIC & 5 FIZARYE TR TS L OWERK — BBAXUS B RAE I ] LB
HETNEAFR LT, ZLUTRICET AV ZICT 2 28 T, EEREROUT 2kl EtTo 7. BT Lhi
IR N

L @O 2l E G D7 IR 72 O 22 ] T O IR S TEAFPEOH — BB US B R M 2 AR I R TI 9- 2 2 &

ZAREICY D, AL=a2—F /L%y b U =7 I1ZHD SHEE B LOREBIAE & A 20—y bR —JREE
SR ARG DR D AP L LT
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2. MERLUI-TIEEMFERPOTIONIEHT 2 2 & T, 20T A (29791 ) ZMREOICFE T 2 & L
L CHREMIZITED 37%DFREEEIC L > TROTAZEMO TRIET /MEENMTZ 5. 2k, FE
DOENEER LT

3. MEELI-ET VITEFEERDRT FN, EXHEWASE OB EZ B EZLIZHOTHD, S
DI TP EERAMIRIE CH DR T Y VIHEZZIE L7 HEh5 [5R AR, b NS, =X F T v Lk
FEZ2FMH LI ENS S OTHRAR TOSI R OSBOIENT A v F—42 L —H L TEY, s e 1
DFE4MEE R LT

4. WERLIEES N EEEOTR 3 Y OT — & 22 BT HIEBRIEO OT bS5 2 & T, ik
TIAMREORK) S FORE R EBINE 21 DN D i O T RAMSEMZ2 TR 2 2 LR TE, EEEOMT
IZBWTHEAMKFOK 5 7809 BERREXIIISE &V ) TErNCA R L ST 2 & TE
5.

INHDZENS, NL=a—F /%y NU—7 ZHW-HREE B X OReEh R &5 — BT 2 -V -k
FEMT 2 B DD CIT 9 A AN—T y NEHRAFAA G DR T HATAO A OREEEICT LT-. £ LT, HEE
L7z FEZRFHENR POTIOs I2BIT 2 \BEOT A 3 iy OARIC X 5 152 RHE R X OWE — B XU R
T2 2 8T, IRESINTZDEDOOT HEOFHRDO AT 3 fliir OOT HITEBIT D S8k 72 1A E 4
Z RS R FHBTE HHMEE T T AV OIERRICEI Lz, SSIER LT V245 28T, TEaH L
MERA[RRERREBISE 2 T2 LTI Lz, — I3 2 FOEWERSE —FHEHE CIARAROT
HLERNTIIT DRk % e ME DR D VERE K Ol 72 O A G2 PRBE T 5 DIFIER ICE# L. LanL7e
N5, AWFFECHESE L T-7 — Z BRERIE TRIEAT O 7 L— L0 — 27 21K 5 2 & TIRRAOTHRZERIC BT
Bk x IR C DRk & 7oz DN T, DT — 2 COHRDO A TOT A LN FIRE & 72 5. S 1% DIERR
TEEFH BN E DO 72 HFRBITIANT T, 73 A& ~IGH fTREZ I I A & & TR O EL s R i
%, AWFZECRESE U= BB A B M S 7 I A T 5 B COT ISR D8RRI 7t A &
LN A Z ERFRETH D, L Laenn, —MZ2ER R OMEEICIE, 6 O OT HRARTITEES < HrE
TFIVOREE, LI L THEROTR, 6T v Y ML Bk ERSHBOMELE LTETF LN 5.

HEE

AHFZ21, ISPS FLAFE (JP23H00159, JP23K 17720, JP24K00758, JP24H00032), JST £l 3 O AIF 42 3 42 = ¥
(IPMIFR222HYD X% 521 12 D TH B.
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18 A BWERISE O IMABREEETSE

#1IZ, FH— RN OZHAHBIED 9 b, REMZRJHPTEEETEL (Local Density Approximation; LDA) (Ceperley
and Alder, 1980), Perdew-Burke-Enzerhof (Z & % —#x{b ALl (Generalized gradient approximation; GGA-PBE)
(Perdew et al., 1996) 12 X » T PIRAYIC G5 L 7298 FFEEFH PbTIOs D k& & M a, ¢t c/a & % E K
C11,C12,Cy3,Cs3,Cayy Cog, = L CHIEDMBP %, SEATHIIEIZIUT DA (Liu et al., 2008; Shimada et al., 2008; Zhang
etal., 2017; Wu et al., 2004; Bilc et al., 2008)33 & UVSEERfiE(Kuroiwa et al., 2001; Li et al., 1996) & bt L CTRrd. £,
LDA (22T, fEHTIE & OREEI TR T EB M OV DR TR K 0.5%, TR CRK 13.6%, 57715 T 0.8% Th
0, ELLB—FERIT 21T 9 2 LM TE TS, I, FERE & ORI T EEE LOZ O TR 3.2%,
WM ERCCTReKR 25.8%, 571 T 5.6% Td ) FHEEROTREHEM ORI R L OVESKHFELIEL < BITETW
%. —J4, GGA-PBE (ZDW\\C, FRHTE & ORRAIHE T ERIS LU DR TR K 0.4% Th D MBFO JLRER 2257
PEICOWTIE LS F—FEMIET 2179 Z N TE TN D, L LR S, FEBE L OREIIR - EEB L OZn
SR Tl 15.7%, BRPEEEL CIEHR K T 56%, DT 65% TH Y, EOREFITIT b EBRO M B ORI
Bt L OERAEEZ E LS HERTERW. LR T, ANFZE ClIssHorb B i b MR ER L OEX
HRHE A K < FHIT % LDA Z V5.

Table I Comparison of lattice constants q, c, tetragonality c/a, elastic constants Cy1, Cy5, Ci3, C33, Cyq, and Cgq, and

polarization P of ferroelectric PbTiOs.

LDA GGA-PBE Expt.
This work Ref. This work Ref. Ref.
a(A) 3.864 3.866° 3.841 3.857¢ 3.904¢
c(d) 4.021 4.040° 4.733 4.744¢ 4.158¢
c/a 1.041 1.045% 1.232 1.23¢ 1.065°
Cy1 (GPa) 295.7 297.2° 180.0 235¢
Cy, (GPa) 119.6 114.3° 83.1 101#
Cy3 (GPa) 94.5 83.2° 49.0 98.8¢
C53 (GPa) 106.7 99.7° 46.1 105¢
C44 (GPa) 66.0 48.0° 36.4 65.1¢
Ces (GPa) 105.4 115.8° 88.6 104¢
P (C/m?) 0.792 0.798¢ 1.234 1.29¢ 0.75"

aReference (Liu et al., 2008)

b Reference (Shimada et al., 2008)
¢Reference (Zhang et al., 2017)
dReference (Wu et al., 2004)
¢Reference (Bilc et al., 2008)
fReference (Kuroiwa et al., 2001)
gReference (Li et al., 1996)
hReference (Gavrilyachenko, 1970)
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