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FTEED BEED kA ABV XD EHY
1) (D TRFEA RN 5 TR, MRE A HEAREZE A5, R 430070)
2) (W R2EPRIBLE S TR, HTM 310058)
3) (HFE T2EBibp bt 5 fh2e TR 2B, AP0 421002)
(2020 4F 12 H 24 HYE]; 2021 4F 2 H 27 BIEIE )

B BEYLAE 67 (ferroelectric random access memory, FeRAM) PR H: e it (1) B 405 77 6 g 5 Ak ) e A7
At e A O AT £ 32 DG, (ELEE B B A 09k FL O 595 R S8 In] BRI 29 T FeRAM i — 25 1 & Jr Rl A6 0. .
FeRAM (9% 57 2k 24 15 8K i A5 (9 W5 B i 3l 9% VDA G, B N R 9% 55 ML A R iR AR . AR SCR L EE T
JE1Z bR BEIE (density functional theory, DFT) Y58 — M R BEIF 8 )7 ik, AF5E T #5 8K BR HY (Pb(Zrg 50 Tig48)Os,
PZT) M99% 57 R SOWL B I $2 11 7 38 5 Ho it % o7 VERE (0 O v 3T B85 R W1 PZT h &= 0 5 180°W5 BE 12 2 1)
FRAA R TLR I 55 0 N A SR B, PZT 42k e T8 A5 v 8 A 0T W B 1 b 7 R4 5 T I 45 0, TR A DR A o %o
Wi BE 12 Bl i BT HL7 V5 A 4 BE 30 A% DRIXE, 0] 1 AR Ak S e e 28-S B0 T BRI 95 5 Ba(Mg ;3N by 5)O5 (BMN)
% vh 2 B AEAE AT W PZT v i 4025 o7, W (IR B Ab 19 4025 r ik B, 4R I % 57 Mg SR 45 SRR W, &5
1010 R AL S 54 e, PZT 4% v I A R R iR AR (B R AR T 51%, 117 PZT/BMN {8 B 1) ) 4 b AL AN B AR T 18%;
208 102 IR R, PZT/BMN W5 093 R AL EA PR 35 A 82% gk . A 45 REW], BMN 22 of

JEGIARSERESR 5 PZT Bk it WA TR0 57 18, A B2 /2 FeRAM B Ik A b FH A oK

F4#R: Pb(Zrg 55T 45) O3, 180°HEEE 257, Sh— 1k F I E

PACS: 63.20.dk, 77.55.fg, 77.80.Dj

1 5

MK T &, =153 SR T 5
(04 FXHE Bt dR TR RE S ) 1 2K, 15 R
T X AR Gy R VAt 0 R oK B 5 H RIS A
BT H e B Bl s, BB BEVLAE i 8% (ferroe-
lectric radom access memories, FeRAM) [A H AL

i
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REAT 28l B FlL TR 2 5 11 RE 45 (R, LA T
FeRAM it — 5 Rl Al & fi (1011,
FURT, SRR R 55 L 22 A7 AE AR

P WEEEETFHLMLE (wall pinning mechanism )2

K WE N HI HLH] (seed inhibition mechanism )™ i
Jr 9% 55 L (local imprint mechanism)!. L1 [+
=R 57 DL E L AE LT AP IR — 2 BhBE i
T BRI R 73 A1 5 2 e B 52 M 2 P W B A
Bl 1), 3 Oy 57 AL R B e A B e o e JE ) A
b, WFFEN G 22 2R 48 2 0 AL 7R 1161 T iy T A
T T A R R B e AR A AR R s i
Dawber &5 181 A g IR AE 48023 (i 2 7E A L 37
VR 12 28 S T Ak i B R p s 410 ] sl W BE <7
FL7, BT BB IR AR 05 5 A R e A
Rrp SR ALY R RIS s R AR A
) B A, I O P AR /K R g AL T A SR A
7 AR A R RS2 T ) 555 G 7 Ak r v A
AR, TR AL IR, e &S Bk %
25(19,.20]

BRI, Tk i I 5 r i = 8] 5| A B R
A AL B R 2V — R A SRR, TA R
BEL 1k T80 RS PR AR 0 R AT A 222 A R A T A
FRIRIESE R 231, 7 B A VA A < Jeg F A B TR AR 1A
Ba(Mg; ;5Tay/3)O05 (BMT) A Jy 4 Hi 8 ALy 52
JZ, A RCE T R A TR R 07 M. AT
BMT 4t #1 2 , Ba(Mg; 3Nb,/3)0; (BMN) B A7
A W E AR HL AR NI ERLUR, [R) I S ER
WO EAT AL A AR ZS R s B R i TRl A
NS AL 2 vz, A BB R S e
W2 T R RH LA, Atk v P ) 7 P

TEROWLIZ T8, 8K R YIS A0 T 55 1 e -5 Bk L vl
I I R £ 0 B e G g A A R AR
K. BRI PR HRWE Y A S H R i s
RAE, [ ROT R E T WFRER) B . FeRAM
S R S PR, X EOR R RIS L )
T HA B R AL R, 25 WERE R S )27
AR b, W EORWERE a] LITESNAAE T 528
TR . WFSEN SRR T1E 1 iz sh 5 i
SRR WL b B R UWERE Bl 27, A W REIZ 532
SMINFLY AT BRI A ) | W RE 55 75 1 R ik
B4R EL AR FH B 7= A 1 JEE 48 g AL [ A )52 g 24,
TEREE SR AR 1, A5 N AW 1Bk il fb S
RS R, FEAAELUR WA R — R

WA MR R =2 WA R ] 9 5K DY
JEWE A 1 2520 Zhi 45 PR AT 2 B T
AR, HAG T HMIGERT T WA | AR I RE I 5
TR IO AR fE L. Shin %5 PSR S AR R P AL
2 INTHOUE 71 BEASTHUL 1 W 1 | A R TN BE S Bl 1) B
PR, Gopalan % 2 BF5E T 180°Ws 14 51y ) 27 i
AL . (8 BhIE T4 2 PR BEE (density functional
theory, DFT) B985 — M BT, KB b i £
W 1557 A hy A it A 1 R, P 7 Ji - RUBE L % I B
SO AR R A TR, S B RE S Bl A S,
T AT AR S RUBE IR A3 BT Bk H v 1 9 57 2R 44
HILFH.

BEERIR AT Pb(Zr,Ti, )03, (PZT) SRR
AR, LS Bk AL PR RESZ BT LRy
Z VR, £ PZT W, 24 Zr/Ti kbl 52/48 ih, PZT
G A — 2R UMER IAH B (morphotropic phase
boundary, MPB), IHI#Y PZT {#EAZ M 5
VEFIRS, BRI ER L TGP B 1 S o) K iR Rl
b, AT LARAS B AL S ik B e g . UL, A SCREH
B DFT 3R, DLSLR R E5ERIR AT (Pb(Zrg 50
Tig 43)O3, PZT) AR ], 7257 R EASEH
s 5 WERE Z RN R G AE T, TRAWESE PZT 1Y
9 55 OWAILEL, FECER AN I, 7E PZT 5 & & il
FAL 51 A BMN 41 B ALY AE R A 22 vh )2 DA
PEF R B AT 57 1, IF40 8T BMN #58 PZT
T8 55 PERE Y N ZEH L.

2 EBEBBHL

2.1 LIES
2.1.1 PZT/BMN £ &% B 694 &

A 4 (Nb,O5, 4l = 99.0%). A %E 1k
B (KOH, 4 = 99.0%). FFiE R (CsHiO7-H,0,
4ifF = 99.5%). WK (HyO,, 4EJE = 30.0%).
KRN (BaCOs, i = 99.0%). = /K& LR
((Pb(OAc),)-3H,0 . ZHANHER (CH;COCH,COCH;,
glifif = 99.0%) M —FEH i (HOCH,CH,OCHs,
AifE = 99.5%) 0 E b E E 25 AR A BR 2
AL IE NS (Zr(OCH,CH,CH,),y, 4l 70%)
SR (Ti(OCH(CHy),),, 4 = 98%) ¥ [
BT T A AR A A PR R i R B
(Mg CO;3),-Mg(OH),-5H,0, 4ifE = 99.0%) W H
TR T A B F.
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K FH A e -5 e 1 1) & 38— L AR IR B A
PZT R 9% 44 % ¥ : L) HOCH,CH,OCH; /¥ 7,
Zr (OCH,CH,CHS,), Fl Ti(OCH(CHj),), VLS (Pb
(OAc),)-3H,0 HJE R, CH,COCH,COCH, ff:
FE ). R KV W FS v 1 £ BMIN i SR 44 75 Ak
PIIKAE W], NbyOs, KOH, CgHO7-H,0, H,0,,
BaCO; il (Mg COs),-Mg(OH),-5H,0 1 g 5K
HO(CH,),NH, fEMFGETR]. RABERER % PZT/
BMN & & Wi 1 /67 5K gLk BMN, Jf7E
180 °C FMFA 2 min LBRMIALHN 7K 53, 7€ 380 C
TN 2 min KEREEAH VLY, SRE RO P
B, 78 600 C TR K 5 min; HJEAL
gl 700 °C FiBok 1 h. 76 BMN i [ 4k2:
i PZT Wil JEAE 150 °C F ANk 5 min Z:[5 78
JES P B9 7K 43, AE 350 °C R n#R 5 min 25 B 1
FIE N, ARG A DGER Jor e, #E 600 °C F
PR K 5 min; H&FHA ST, 650 C iRk
30 min.

2.1.2 PZT/BMN Z &% B At & AE

X AT (X-ray diffraction, XRD) 7%
A7 % PANalytical 2y ) Pert-Pro i X S 477 4
1%, e Cu-Ko ST, AR B A26 < +0.033°,
HHGEHE R 20 = 10°—80°, FHH43# K 10° /min.
Y kST 5% (field emission scanning electron
microcopy, FESEM) > H 1% [E Zeiss 28 A Ultra
Plus %13 & 5F 471 16 o 7 W Gl . 9 Bk ol 1k
FAF RN 55 P BE UK R 92 [ Radiant 23 & (1)
Precision Workstation £k 320143, 43551 2R AE
RIS ) A L R BRI 5 1

2.2 MEipitHE

ASCR BT DET A9 88 351 1 i 5 — i 2
T3 12230 (VASP A4 ), A1) 28 P T 38 % 44
(project augmented wave, PAW) f#fi ift {1 7% 1
ZEMMHEAER, 78 PZT IR R, R E i
2 (local density approximation, LDA) iZ PR 21k
A R R A B, T SOBB BE I L) (generalized
gradient approximation, GGA) {Z B fiEf& 1IE LDA
255, Wi GGA T PBEsol 17 R 7E 42 i K
(1) [l 15 W] i e PBE 12 0 5 i Al DU PZT Rtk
(M1 PRI, T S 4 DGR RE R T GGA Hh iy
PBEsol {Z p% . PZT 2 PTO Ml PZO ) —J0i%
S VAR, AR SCHE ] Ze/Ti He o 1:1 /9 PZT FhJifd

PEATEBNULTOLAL. o 1 R, 7E b Tk
BEE R PR AR I g R b, B A R —
BRI 2R ok fi AL A L, (BB A 4y A8 3876 PZT
A SEBRIH RSB T [, R ) 2
1 A Ry e A B 0L, A ] AL THE AR f [R) I, s
A LR T2 10 b S B RE 12 Bl i) S5, i B 2o
BRI 55 B N FENLEE. RO R TRl R (120 1),
A LATE B TR I R A S5 B A S — P D
5.

2.2.1 LMk

A A AR RE R H GGA H1 PBEsol 2
PRI B SR AINTHE (cut-off energy) BEE A 450 eV.
TR K A B 43 2 Ph: 5d1%6s%6p?, Ti:
3pi3d24s?, O: 2s%2pt. % JEF] GGA WYL LAk ¥ Iy
EAEAL P — 2 A SR OCHRVE A R (SRR,
W Ti JTCERAF) BAFAE—E BRI, HCR H] Hubbard
R B2 X GGA SHATEIE, B GGA + Uik, LU
TG LA AR R R 450, Horh ) SR U =
5eV fll J = 0.64 eV filiid Ti &+ K d il B,
>R H Blochl & IE#Y PUTH R 7L AT 9 % 9 x 9 Y
Monkhorst-Pack & &5 I 2% X 48] 25 [a) e 47 FR 43 R
IR E 77 (conjugate gradient method, CG)
XRFi 10, EEVEANEF A2 7] (Hellmann-
feynmann force) /T 0.1 eV /nm.
2.2.2 wEERITH

P S5 K, T 2 (100)  HERE N x
1 x 1AESERT B (18 1), BT N/2 A
A EWBAC T Wi b (W42 J5 ), N/2 A A
RWALTT I T (W5 -2 J7 1)), 2088 a6 5 P Fh
WE, W5 I JEEE R N/2 A5 1 A% i %0, DW (domain
wall) 7 180°WeBE, i i il LA 2 S WhEE. 1%
BERERY T A0 Bl
Fp,, = En ;Sf\:/ulkN 7 (1)
Hp Ex 2 & NA PTO B84 i 1Y H A

z

HRNNRREARANAE!

—

DW @ DW DW

(&

x

1 a8 AR BRI A R

Fig. 1. Supercell structure containing 8 unit cells.
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MHIRE R, Evux&—4> PZT A RERE, Spw &
180°HRE AR AR T A, A3 Y 2 R i it Hh 3
H 2 HERE.

2.2.3 NEB 7 ;%42 Jnk B it #%

WA SRR AE IO - I WA R RE (1Y) 3 4%, Tzl
P71 (nudged elastic band, NEB) 77 7% 1] DI 4L
LI BEAE PR AN B 2 (B B B s 8. R
NEB J7 k1R B REE RS 1 BRI g il 72, SRk
BEE RS 72 ) B /N BB FE 642 (minimum energy
path, MEP) DLzt 42 b i ad PR A (transition
Sstate, TS) Fll A& A [z 1 il 75 22 1935 fL BE (activa-
tion energy), HEARTTHHE TR ANIE 2 s, &
8 x 1 x 11y a5 —n] LIiERS ik
BEFN—A™ [ 22 R WERE . WIS M2 H 4 B &Rk
AT ) ) A ER AT 4 AN 3 R AR T ) T YRR
JHUAE) B A L, 260 ASEE A2 R 3 A4 F ik Ty
[ )= (R BRFRLRN 5 A~ F A Ak T [l ) T 1 R A
B M, WA AN 2 k28 2[R R FH G A {E 1Y)
Ty T 8 A a4,

Initial state

ERRRNRNRRAREY!
4

Final state

RARRARARARANAE:

€ 2 NEB J5 i mE BT i 00 i S RN 28 1k 25
Fig. 2. NEB method to calculate initial state and ending

state in domain wall migration.

2.2.4 AT B SALTS R AR 69 RS R

RH 8 x 1 x 3/ HLJ A B A i R 4R
W RE 4R 23 . BB I s ), R 7E 2 ) B —2f
(R BRI ) AR Ak Ty Tl 1) I, 55— St ) Ak
Fia R, AT oD AR AT B9 Pb-O-Pb 854
W RE . FEEK A A Y PZT th3tAg 3 FOR R 07 B Y
AET W o BT AET Oy, TR y ST AR
BT Oy MUY 28T M A T O, X 3 PR
FXIRE A 3 FASEI RS N7, 435 R Oy, Oy,
Fl Oys. TEZAERIH, HU% R AR 25 {3 5 R RE 22 [H] 7Y
WATER, N5IEES M Z IR AER, JFL A
{7 55 WA RE 2 [B] A E B R A8 i, BIFST K —BE B0 A A
AT RCRE BRI . 823 i IE B RE A AT

Ef - Edefect - Eperfect + u, (2)
/E\:EF'a Ef %%é{j E@ﬁ/;)ﬁﬁg, Eperfect%%%ﬁiggﬁ
TR G BE T, Baeteo ye % — MRS LAY IR
R G RS RERL, w B A T RYRE R

2.2.5 AL E AL 090k

FEEKE 2540 () PZT kB Ak 50 2 7 1A 1Y)
BRI RS 7R BT 9% T BR SR BE i S
Ovys BIJE PZT sh—FiR B MR 2 7, ML A
H 8 Oy MBFEET R MM, SRR 7 x 1 x 34
{6 ok P AR R AR R A % B BE S S 1) 5
i), e Oy A3 850 ) Fr) P B AR Bk 42085 1. 180°
W R T S 114 A 2o A P 2 B R 6 A B 4
T B S A R G S AR s A, A R R R 180°
WEREMEE n — 14 PZT SIS n 4> PZT M
Z I8 (WI6AS) TR RN n 4> PZT MRS n + 1
A PZT S Z 0] (LR, n VERIA ne (2, 6]
H n ol N*. XTI RERF NEB 8 78, M
RAER(E T AT BRI S 2
[T 8 A [AIFHZS ).

2.2.6 PZT/BMN ZH#£4L

SR FH 800 SV TE 10 JEG 44 38 - 5 - 22 () ) A
HAER, AR WTRE R E N 450 eV, G fE
¥ H PBEsol {Z pRi. 8 ¥ X ay i v+ 43 5l )2
Pb: 5d1%s%6p?, Zr: 4p®4d25s?, Ti: 3pb3d%4s?, O:
2s22p?, Ba: 5s?5pf6s?, Mg: 2s?, Nb: 4s?4pf4d35s2.
FH U=5eVH J= 0064V iR TiJf 0 d
B, SR U= 6.8 eV f#iif Nb 1§ d FLil. [ )i
HRIR 3 J2ShA (7 AR, DL R TG R R
B4 IE A 20 ARG 25 )2 LATH BR [001] & i 5
] b i SRR R AR R e AR i R D . R
A AR A T R 1 83 1 A i = () B AH AR, O
F| H Blochl #& 1E ¥ IO AR A1 9 x 9 x 1Y
Monk horst-Pack & 5 /26 X 8] 2 [ 47 4. R
P G0 A6 8 i X DR AT st B Bk R AR
0.2 eV/nm.

3 #RE54H
3.1 PZT Mg EREIEE

£ Si/Si0,/Ti/Pt #iE LBl T PZT/BMN
AW, et R ZEE 3(a) Fis. B 3(b)—
1 3(d) 439 PZT #ifE . BMN AT PZT/BMN
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(a) (b) B — PZT
—
2
wn
Top Pt g
electrodes =}
PZT -%
BMN >
Bott Pt n —~ —~ —
elgct?gclle % 3 a = e
Pt =] 0 9o -~ N
] ~ a =z - I
) \L_J - h

(c) —— BMN

(102)

Intensity/arb. units

10 20 30 40 50 60 70
20/(%)

Intensity/arb. units

10 20 30 40 50 60 70
20/(°)

K 3 (a) PZT/BMN WM B 45H 8 2185 (b) PZT, (c) BMN fil (d) PZT/BMN #I# A9 XRD K3
Fig. 3. (a) Schematic of PZT/BMN films; XRD patterns of (b) PZT, (¢) BMN, and (d) PZT BMN films.

ZAMEA XRD E3E. A 3 ] LIE H, iR
CL45 5, PZT iR BMN AR XRD &% 5]
5451 PDF -k H ICDD#17-0173 Fl ICDD#73-
2022 AHXF R, FRHIEE GRS R4 PZT wi iR
BMN A5 DL il 4% H PZT/BMN & 4 i
() XRD B3 nT LUE H, 524 HERRAT) Ay S ) 45 4k
W45, BMN 2 1 5] ARBIR PZT 1Y d ik
gy H AR AE A B I A 31 T I S R X T
BMN 5 PZT HEEIY R E5 R0 2548 HATT S i i {37
Ik H B2, BMN ZZ b2 895 A2 T45 PZT #
PEFR A T — R AR S A K Ak )2, AR T T
PZT HR A2 5 i .

PZT/BMN & 4 7 5 19 5 i A1 87 i FESEM
KGN 4 fiis. 18 4(a), (b) FraRzr5h 7t BMN
WA BMN SRR A 10 nm B )2 PZT i
ISR, & 4(c), (d) 25T 4(a), (b)
T 13 PG, T LG BMN 28 oh)2 5 i 5
FRM A A2 T BB R R, R TR R
I PZT Wi AFM E14, 51 A BMN &2 )5,
PZT £ ¥ 757 (root mean square, RMS) k&
FEM 4.04 nm &K K 2.3 nm, 1 FESEM &£ #1
AFM E4 0] I 1, BMN 222 5951 AT A 3L
$ET+ PZT WA 1 ot i

&l 4 (a) JC BMN 2% #)Z fl (b) 5 BMN 2% 0 )2 ) PZT 3
MR ; () TG BMN 28 o2 A1 (d) 75 BMN 28 i )22 14 3 JIEE 7
i FESEM &%

Fig. 4. FESEM images of the surface PZT films (a) without
or (b) with BMN buffer layer; cross-section of films (c) with-
out or (d) with BMN buffer layer.

K 5(a) fizn A PZT # PZT/BMN IS A L
[mIZk. & 5(a) FTLAEH, 5AR5IA BMN 2
PZT R (P, = 43.78 nC/cm?) AL,
PZT/BMN & 4R P, 58 % 60.85 uC/cm?,
IFi) Fsf EEL 37 R A ol ) AN Bt . BMIN L i J2
MBI ALEHE T PZT SRR A K, B T 4 b i
i, AT PZT/BMN & & Ik rE R ny 42 &5,
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Fig. 5. (a) Hysteresis loop and (b) fatigue failure of PZT
and PZT/BMN films.
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52 R T ARAAE A AR T 18%, I H Mtk ik
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3.2 PIT EFHNEBEPITE

FEVUJ5AH PZT iR g5 4, 7€ Pb-O 1 O Ji
FHIXF Pb LT 2 Il L ZAANIE; £ Ti(Zr)-
O Il Ti JEFAHXT T O JEFAE 2 i) F kAN .
mIARZERE | BEAT S5 A R AN > IS B (partial den-
sity of states, PDOS) KUK 6 iz, HrMaARF
65.56 A3, REHESHA R PZT 257588 4 1.867 eV,
5 3CHk [38,39] TH A B B PZT 257 58 5 AR R
—3.

3.2.1 180°% it 4%

A Al L R I R 5B i AR P A i AR L S I RE
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A (W AH) AR (BREAH). S ML ks
ZIXHIE ) 8 A s A T I 8 AN [l AL . mh R
R RE S S R S LA A (RUEAS) Z TalfY
Ae i 2= Ao, Hh i in &8 8 A ek B 2
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N

1

)
ok
A
NG
A

1.867 eV]

NQF N AN

z
o e O

N O

};4

—

Density of states/(electrons-eV—1)

r X

[
A
N ifaNl

r 2 R A Z|X R|
Wave vector

Energy/eV

K6 DUHAHEY PZT  (a) AR K45 H; (b) ABA 454 1€ il PDOS [
Fig. 6. (a) Crystal structures; (b) band structure and PDOS of tetragonal PZT.
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Fig. 7. Diagram of energy changes during PZT domain wall

motion.

# 1 BAARF PZT HpEE H IR R I nEEERE
Table 1. Domain wall energy of systems with different

numbers of PZT unit cells.

n 2 4 6 8 10

Epw/(mJ-m~2) 1085 1149 1160 111.4 109.6
TE: Hih o o R B A R

3.2.2 A FA{zA= 180°4 A 6945 &

AR R 1) 58 25 Y I REBERE BE 5 48 25 (i 2
] BE B AR fb N & 8 fr s, T LR e A
Oy TE R BER =, VAV o B I g R s (AN
G B2 AL Oyy F Oys JE BLRERAIK, Ui
y JHAT 2 T B S AL R S . T A, BE
HRSN GWREZ [ & 046/, T 2R A %S
B REYIREAR, JEHIE Oy SBEREE A1), A%
B RERAG. VA LS5 SR UL, BERE ] I 252 4
LR B, B O W R 1 3 T R A ) T AR S
7, BEREAL 75 5 Y ISR 25 A0

S N AR I T B v e A W R S S T R 1Y
AR LA 9 R, e 2 0 E IR B iR
WL RE T O ME 2 FR T, BT 42 B R RE AT RS
PRIE, T DA 28 A A AE N BE RE AT B oA — e 15
Wil FE 5| RS AR, WhERE I F8 945 42 R 1Y
84.6 meV HhN | 250.0 meV 47, A2
AFE T EWE RETT AL H A K, WEREE RS R ME, X
FE R T AR S XTI RE () £ THLVEH; BLANE R RE
TR ARG I A S TN E R AN
KRR AR, FEAT 25 4 25 or b W3 BE 1 7% 1) BE B 34 42
EH K (~0.25 eV), bifi 5 EREE S EH S M BB B

K, WERET R Y RE S 2 FR %, THZBTES A
PRyt v, wERE T RS Y RE 2 R (A9
0.14 eV).

9.40
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Kl 8  PZT HAN[F) 28 B 4 =5 o (1 e T B WA BE 5 S S L 2
[i) Py B 5 28 A T
Fig. 8. The energy variations of different types of oxygen

Energy/eV

vacancies in PZT with the distance between the domain

wall and the oxygen vacancies.

Energy/eV

Domain position

9 AL PZT HrufEE T B e b Y RE AR AL K]
Fig. 9. Energy change diagram during the migration of do-

main walls in PZT with oxygen vacancies.
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YER, — ELWGRER S 25 R U 5B FT IR, 1k &5
LN SR B e “ RATHL, A RES PRIEWEBE
TR (2 M fb S ) BRI, 3 EID A fo0
FARERRE TSRS X IERE Y “ETHL A . TS Ao
Xt WA RE F BT L7 1 P2 3 B0k rl R £ 9 5
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WAL SR A ], fe S B0k i MR R 57
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A2 iAE PZT/BMN Fifid # i #2 vh iy g &
A& 10 iR, AT VAR, "N PZT 2%
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MR E. K 11 450 T 5] A BMN ZZnh)2 5 PZT
i 57 PERESE SR AL R B & 7ER5 A BMN 1)
WIHAIRZS I, Qi 11(a) s, WA 45 f v
He B ZS L BERL A A AE PZT W R I 42025 fir
(R A7 75 FF A X PZT WM AL S5 7= R 52 . R
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Fig. 10. Energy change diagram of oxygen vacancies during

the migration process at PZT/BMN interface.
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A 25 N BE 3B Bl ) “ETHL AR, PZT 9 55 P
REfS A,

Virgin - Severely fatigued
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Fig. 11. The mechanism diagram of system fatigue resistance

enhancement: (a), (¢) The initial state of the system before
and after the introduction of the BMN buffer layer; (b), (d) the
state of the system before and after the introduction of the
BMN buffer layer after severe fatigue (The dots in the fig-

ure indicate oxygen vacancies).

4 %

AL BMN AR Ry 2% vp )2 ok 358 PZT
I 8 2k L TR % 57 R B, AT T PZT B A4 9% 55 Bl
PR 57 R LI, SCG2s R, PZT 2k i
REAE 2838 10" YRR AL S 7 I W ) i AR (BRI T
51%, 5] A BMN Z#h 25, PZT/BMN & 2
REAE 2838 10" YRR AL S 7% I W R i AT R A
82% IR E. AR, Ay
180°WEBE Iz B HFEA & PZT WM&k f e 55 1Y N 7E
JRH, BMN 2% oh 2 5951 AT A 2% A% PZT #55E
TSRS R, TR B RS ETHL VR T
W PZT WA R B 57 ), 5% T PZT
AR LY S PERE. DL L A5 T, BMN £ vh)2
SIS RESRE = PZT &k iy B A ity 5 1, A7 2R
/2 FeRAM R bAL R AT K.

[1] Tsymbal EY, Kohlstedt H 2006 Science 313 181

[2] Bonmi A G, Chirila C, Pasuk I, Negrea R, Pintilie L, Pintilie L
2017 Phys. Rev. Appl. 8 034035

[3] Chen J D, Han W H, Yang C, Zhao X S, Guo Y Y, Zhang X
D, Yang F H 2020 Acta Phys. Sin. 69 137701 (in Chinese) [
BIR, e, foh, BBERS, A0, skibgh, #Ete 2020 Yy

146302-8


http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1126/science.1126230
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.1103/PhysRevApplied.8.034035
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
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

¥ 1B ¥ Acta Phys. Sin.

Vol. 70, No. 14 (2021)

146302

4]

5]
(6]
(7]
(8]

(9]

(10]

11]
12]
13]
[14]
[15]

(16]
(17]

(18]
(19]

24 69 137701]

Lii X M, Huang F Z, Zhu J S 2020 Acta Phys. Sin. 69 127704
(in Chinese) [ M, HRE, LM 2020 Y 69
127704]

Wang Z Q, Liu Y L, Shen J, Chen W, Miao J, Li A, L K,
Zhou J 2020 Sci. China Mater. 63 2497

Deng C, He C, Chen Z, Chen H, Mao R, Liu Y, Zhu K, Gao
H, Ding Y 2019 J. Appl. Phys. 126 085702

Wang Z Q, Chen B B, Shen J, Chen W, Liu Y L, Gong S K,
Zhou J 2020 Chem. J. Chinese Universities 41 1908

Zhong H, Wen Y, Zhao Y, Zhang Q, Huang Q, Chen Y, Cai
J, Zhang X, Li R, Bai L, Kang S, Yan S, Tian Y 2019 Adv.
Funct. Mater. 29 1805380

Jiang J, Bai Z L, Chen Z H, He L, Zhang D W, Zhang Q H,
Shi J A, Park M H, Scott J F, Hwang C S, Jiang A Q 2018
Nature Mater. 17 2

Ma J, Ma J, Zhang Q, Peng R, Wang J, Liu C, Wang M, Li
N, Chen M, Cheng X, Gao P, Gu L, Chen L, Yu P, Nan C
2018 Nature Nanotech. 13 947

Noguchi Y, Matsuo H, Kitanaka Y, Miyayama M 2019 Sci.
Rep. 9 4225

Warren W L, Dimos D, Tuttle B A, Nasby R D, Pike G E
1994 Appl. Phys. Lett. 65 87185

Colla E L, Tagantsev A K, Taylor D V, Kholkin A L 2006
Integr. Ferroelectr. 341 3

Grossmann M, Lohse O, Bolten D, Waser R, Hartner W,
Kastner M, Schindler G 2000 Appl. Phys. Lett. 76 363
Tagantsev A K, Stolichnov I, Colla E L, Setter N 2001 J.
Appl. Phys. 90 1387

Scott J F, Dawber M 2000 Appl. Phys. Lett. 76 25

Jiang A Q, Lin Y Y, Tang T A 2007 J. Appl. Phys. 102
034102

Dawber M, Scott J F 2000 Appl. Phys. Lett. 76 1060
Stolichnov I, Tagantsev A, Colla E, Gentil S, Hiboux S,

(20]
21]
[22]
(23]
(24]
(25]
[26]
27]
(28]
29]
(30]
(31]
(32]
(33]
(34]
35]
(36]

(37]

38]
[39]

146302-9

Baborowski J, Muralt P, Setter N 2000 J. Appl. Phys., 88
2154

Tagantsev A K, Stolichnov I A 1999 Appl. Phys. Lett. 74
1326

Du X, Chen I W 1998 J. Appl. Phys. 83 7789

Kresse G, Furthmiiller J 1996 Phys. Rev. B 54 11169

Wu Z, Zhou J, Chen W, Shen J, Hu L, Lii C 2015 J. Sol-Gel
Sci. Techn. 75 551

Placeres Jiménez R, Pedro Rino J, Marino Gongalves A,
Antonio Eiras J 2013 Appl. Phys. Lett. 103 112901

Hayashi M 1972 J. Phys. Soc. Japan 33 616

Landauer R 1957 J. Appl. Phys. 28 227

Zhi Y, Liu D, Sun J, Yan A, Zhou Y, Dai E, Liu L, Qu W
2009 J. Appl. Phys. 105 024106

Shin Y H, Grinberg I, Chen I W, Rappe A M 2007 Nature
449 881

Gopalan V, Mitchell T E 1998 J. Appl. Phys. 83 941

Kresse G, Joubert D 1999 Phys. Rev. B 59 1758

Perdew J P, Ruzsinszky A, Csonka G I, Vydrov O A,
Scuseria G E, Zhou X, Burke K 2008 Phys. Rev. Lett. 100
136406

Dudarev S L, Botton G A, Savrasov S Y, Humphreys C J,
Sutton A P 1998 Phys. Rev. B 57 1505

Lim T L, Nazarov M, Yoon T L, Low L C, Fauzi M N 2014
Phys. Scripta 89 095102

Okamoto S, Millis A J, Spaldin N A 2006 Phys. Rev. Lett. 97
056802

Mizokawa T, Fujimori A 1995 Phys. Rev. B 51 18

Meyer B, Vanderbilt D 2002 Phys. Rev. B 65 104111

Yang Q, Cao J X, Zhou Y C, Zhang Y, Ma Y, Lou X J 2013
Appl. Phys. Lett. 103 141101

Cohen R E 1992 Nature 358 136

Cohen R E, Krakauer H 1992 Ferroelectrics 136 1


http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200354
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.7498/aps.69.20200312
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1007/s40843-020-1380-5
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.1063/1.5097848
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.7503/cjcu20200166
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1002/adfm.201805380
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/nmat5061
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41565-018-0204-1
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1038/s41598-019-40717-0
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1063/1.112211
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1080/00150190600889304
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.125755
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.1381542
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.125644
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.2761852
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.125938
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.1305854
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.123539
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1063/1.367953
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1103/PhysRevB.54.11169
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1007/s10971-015-3725-1
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1063/1.4820589
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1143/JPSJ.33.616
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.1722712
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1063/1.3068363
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1038/nature06165
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1063/1.366782
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevB.59.1758
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevLett.100.136406
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1103/PhysRevB.57.1505
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1088/0031-8949/89/9/095102
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevLett.97.056802
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.51.18
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1103/PhysRevB.65.104111
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1063/1.4821444
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1038/358136a0
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
http://doi.org/10.1080/00150199208016061
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

#) 32 2 3R Acta Phys. Sin. Vol. 70, No. 14 (2021) 146302

Micromechanism of ferroelectric fatigue and enhancement of
fatigue resistance of lead zirconate titanate thin films"
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Abstract

Ferroelectric random access memory (FeRAM) has been regarded as a promising technology for next-
generation nonvolatile storage due to its excellent data storage performance and nonvolatile storage
characteristics. However, fatigue degradation properties seriously impede the development and large-scale
commercial use of FeRAM. In this paper, the interaction mechanism and enhancement of ferroelectric fatigue in
lead zirconate titanate (PZT) thin film are investigated by the first-principles calculations (DFT). Theoretical
calculations suggest that the coupling between oxygen vacancies and 180° domain walls in PZT is responsible
for ferroelectric fatigue. Oxygen vacancies are more likely to be formed closer to domain wall, the “pinning”
between oxygen vacancies and domain wall makes the migration of domain wall difficult, resulting in the
suppression of polarization reversal and ultimately fatigue in ferroelectric thin film. The insertion of
Ba(Mg; 3Nby/5)O3 (BMN) can absorb the oxygen vacancies in PZT and reduce the concentration of oxygen
vacancies, and in doing so, the ferroelectric fatigue problem caused by the “pinning” effect of the oxygen
vacancies can be eliminated. Moreover, the PZT thin films are deposited on Pt/Ti/Si0,/Si(100) by the sol-gel
method with using BMN buffer layer. The remnant polarization (P,) of PZT film decreases by 51% and the
PZT/BMN film remains 85% after 10!° cycles. Furthermore, it keeps stable even up to 10'? cycles. This paper
demonstrates that the PZT/BMN film with excellent ferroelectric and fatigue endurance possesses the promising

applications in FeRAM.

Keywords: Pb(Zr 55T 45)O3, 180° domain wall, oxygen vacancy, first-principles calculation
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