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Effects of residual stress on the properties of relaxer ferroelectric thin films
prepared by CSD method on Si

Arai, Takashi
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LaNiOS(LNO% with 200 nm thickness was deposited on a Si substrate as
orientation control and electrode layer, and (La,Sr)Co03(LSCO) with various thickness was introduced
on the structure as a residual stress control layer. As a result, as increasing the number of
laminated layers of LSCO from 0 to 8, both the remnant polarization value and the saturated
polarization value of the PMN-PT thin films were enhanced. on the other hand, there were no changes
in ferroelectric properties of PMN-PT thin films when the number of LSCO stacks was 8 and 10 layers.
These results mean that, it was found that a polarization value of a PMN-PT thin film does not
increase any more when a compressive stress value exceeds a certain limit, or a compressive stress
above a certain value is not applied to the PMN-PT thin film.

PMN-PT



B X C—19, F—19—1,

1. WFEBRAES IO &

F X WV 3 RS (PZT) T2 5
HERETEND. — TRV ECTH
LY T XY h=ATWIRE FH RO
%5 A4 (Pb(MgusNbzis)Os-PbTiOs; PMN-PT)
IR A ER TH Y, FERE A D =
A DNTENTL L X820, ST 72 0y fikd
i (Polar Nano Region; PNR) 2385 |2 B2 4
HZ2TWbLEEbhTWh, LT, 20D
PNR DAE(EIZ & Y PMN-PTIZJBIED 72\ E
BENMZRL, AL TV E
PERE PZT EHERTHEWHER - [EET
- EEREE A T - EREFREE
THEDICER SR TW5D. 72 & 210X, PZT
DIEEEH das 345 H pCIN TH D DITHEL,
PMN-PT ® % #1113 2000 pC/N ##8 % 5. —
5, PMN-PT ®F = U —fld PZT (12~
TIRL, T3 ASHIIZZ o EnEE
NTW5., ABFFET Si b BicER L=
PMN-PT DO FERFE(GRGEE - L BRI
X o U — RN 5 2 DR S T D BR iR
B CE AU, PZT I & b~ TREWEREDN
BondbotMFEIND. PZT R
PMN-PT (2[R &4, Si Febk FIcfERL L 7-5)
FHEMRERICBWT, EBERE - ¥ 2 U —
FICH2 DRI OB IHE SN TR
57, FTHMMMEIL W EE X D.

F 72, IS R SR RIS R S
DI DT W E CHOILER D D.
TEMTIT LM 2 BE FED KD BT
%HZ &, PMN-PT [3ME A BT 5 2
LG, EEEERNITIEARENE LTV D
EEZDL. FrDINETOMIEIZLD,
BEWC AR % - CTYERL L 72 PMIN-PT 5
IZBEWT, FEFICEWEEFEEEDLZ &
\ZRE L CUW A ([T, Arai et al. Thin Solid
Films, 585 (2015) 86]. & 512, [ UAIBRIA
WRERW T B X U v LR G 7R
T HETd - 7~ [T. Arai et al., Thin Solid Films,
603 (2016) 97]. ZH £ T, PMN-PT (2[R 5
THEAAL RS AR O MERLIZ 3\ T
AL - HAEAREETH Y, TORESL
DB B EEDME D> 7. FAOBFFE TILRITEX
IR OB I Chk st ik E & T 5
T Ko TEWEERZ B X X U v LR
EEMNEONT-— 5T, BB O
T OREE IR IR CH D, T
B ST duUE, Tl & OFE R SR A A
FEDOVERUC N e TIENRE TE 5 & Wi
S5, Z 2T, RO ST LY,
PMN-PT RiTBRIAEA L T D 5L Ol AR B
IRA L, BERREREEAERO - O
HETRTZEOHETYLERD S.

2. e EH

TNA ZAD/PNRAL - EHERRIE RO B
29, Si Hob FEEFEIRIEE ~ D iRk FE A5
DFIPIAB KD TN D, (BRI
AR Pb(MgusNbzs)Os- PhTiOs (PMN-PT) i,
— RN WO TWASEF X VR )L

Z—19, CK—19 (Jtm)

FREn(PZT) E LR T HEWAEER - [EETE
B BRI SEEREAT HT-OICHEH
ENTW5D., —FHT, PZT LB &=
V—SMEL T3 A S HIZHIER & 5.
X5\, MFEERITER L U CHAR B~ E
MUGE, RESERFENMETT 5. %
ZCARMETIE, £, SidEHR EICERIL
ToiEA EIATERL O MERER A& BEE L, Si Ak
e b CFRREIS SIS PMN-PT (5 0 35 451
B2 5B EMAT 5 2B E Lz,
ZOWRRIZBNT, 2RO ZEE ST
VB & HBIAE D PMN-PT Bl BRI TG %
ErdEL, 1 BOBEELZEST Z T
DR A KD Z &, PMN-PT BiBRAEA
RO BAEAIREAZTA L, (ERIKEE L
STV DA R B R EIR A R 3= T
V2 H FTRE 72 BB TR Th D 4y Fax itk %
BOMNZTHZEHHEME LTS,

3. WD ik

TR SEEC A HIEE & L C LaNiO3(LNO) %,
IS DI g &L CEAVEERR B o K X e
(La,Sr)Co0s3 % Si b & PMN-PT DEIIZELA
L7z, "7 204 MEEABO) % & 5
PMN-PT Z(100)(001)(010)fl[f] & 7= & x|
RRKOBELZFENEOND Z ENMBENT
W5, Si N ETIE Si RO IESE Sio, fE
D722 PMN-PT [ ZALA L7228, FESHE
ETH00)E TS LNO Z#EALTWD.
F£72, LNO } O LSCO [HEBM: A2 R 720,
T EME L TCHHMA L. PMN-PT (%
PMN:PT=0.65:0:35 OfE AL E L7=.

LNO [XHllE T » & o ANoKFni M OVl =
> 7 VIR R % RN =L RfR T o
VARKFMIE 150°CT 1 BERRLME S TR
KEBRWZDL, 2-A2 R ) —LIZHE
fif <, 1.5 BEEHEE L. Wit = > 7L
IKFIE 150°CT 1 B S~ b,
200°CC 1 FFfE S8, 2- A hp ooy ) —
IV RR2-T 2 ) =X ) — /LT 105°C30 453%
M. ZFORFERRZIRA, 2 R
LT 0.3 M ® LNO RiBEARAEIR A 157=. LNO
AIBRIAVARNE 2 Si F5b 12 3500 rpm o [al#ndk
TIOMMAE Yy a— MEICL VST
ZNE 150°C, 350°C, 750°CODJIE TELER L
7o, ZOHERIEEE 4 BV LT LNO &
Rl HE L. 1) T 0 e 2 45 7.

LSCO 1hiliE T o Z /K e OV & A
cwa o TF L, HEEE SV N UKFIY) A R
WZHWZ. BT v Z 2 1E 150°C T 1 BRI
% 2- A hRo o ) — LT 1 BRI L
TR SET. BEA R F AT 2-T 3
J TR ) —)LHT 125°C, 1 BEER ST
BRI ET., U2 WRKOA ha Ty
LARIRE RS S, 1 B L C La-Sr &
WAL, BEfg = N0 N KFgIE
150°C T 1 B S¥7-0 b, 2- A FF T
2 ) =)V N1,3-T & A — LT 125°C1
BEEETE S TR S E7=0 b, La-Sr Wik
WZIRA L, 1 FRE##FR L C 0.1 M LSCO RijBR{4



AR &2 437=. Ziv% 3500 rpm DO [EHEELC 30
) LNO/SI i Flc x> =— kL, 150°CT
Wi, 700°C ThES L 872, Z OHERE#
YE% 0~10 [F1#§: V) 3K L C LSCO i /7 il 40 e %
ERLL 7=,

PMN-PT [ XEERREN —KFn e OV A %o
VIRV LR ONTFH =g LT N TA IS
ORFUR, XX hR =T EFEN
W=, BERRER = /KT 150°C T 2 HFfHRL
REE=0h, =X ) —)LfiC2 BB L
T Pb Wi a 5T, DA PFU TR T L
FEOFH=gLT T4 TaRFT R, <X
VAT RXR v =A TN ) — P TCRA
&, 78°C Tzt L C Mg-Ti-Nb i3 & 15 7=.
EPTEERIT 2 BEE S L <3 20 R & L7z
20 FEM O IE THFFERRQ) ) (oA L
7=. =D, PbIERE Mg-Ti-Nb I8k 2 1R &
L C 78 W¢ff]C 2 WpRiEWitk, 2-7 X /=4 /
— L EMZTE 5T 1 RERER LT PMN-PT
ATER ARG 2 15 7-. PMN-PT BiBRIAIA#E %
3000 rpm T 20 M AL @— MEIZXDY
LNO/Si % L < 1% LSCO/LNO/Si K& b1 HERE
S, 150°C TR, 450°CTIREEL7-. =
D 550°C 5 750°CF TABERLE 22k &
H T L S HT-. ZOHRREL 12 Fliik
VK4 Z & T PMN-PT #EA 572, THFZER
R3)) DS TIEABERE X 650°C & L7z,

EREEORIEIZIL, PMN-PT FIZHEE 60
um OHEZE ANy X ) U TIETHRSE T
BEBf L L CHWE

4. WFFER R

(1) BITBRARTAIE TP T4y F-HE 1 O fi i

0.1 M THiEE U 7= RBRAARYEIE O IR I EHE F
%X 1127579 Ti, Nb, Mg O Z D RiBRIAIL,
ENENDORE ZERNC =4 ) — VAR
4, PMN-PT @ B H A Ml & [ERED A
TR SR THDH. 2oL X, Mgl
BHIT % ) — VYRR L 72 v o 7.

Ethano
Ti
F //“ N\\
~ S\ // v
2 AR AN J
5 (/“M\ e/ N \/\/ Np
r N vy PRSI A e |
E . |
K RN PR
2 al
£ J
=
sl
£ W
PN /" "\\ ™ A
[ N N N
W MgNbTi

2000 1800 1600 1400 1200 1000 800 600 400
Wave number (cm™)

X1 RFIERARRIRD IR AT L

Ti 2 OY Nb O B O RIBEAIEHR TN 5318 53
WA= 812 600-800 cmt iz X ) —/L D
E— 7 0N RSN, ZAUTEEHT W=
Toaxy RoIGHERE L, HIEHRE
VESL A K ONAIE iz R KIS X - Tl
KRN SN Th b, —T,
Mg-Nb #iE A& L TEH L 72 E,

Mg-Nb-Ti 5B Cix, =% /— 1O E—7 R
R, WRHPTHEILTLaxy e
Sl ZEMENE B L, JIEFIZK
SIRENRMhoT-Z ENRBENTE. —F
T, =X ) — )LD — 7 NG X - 7- 012,
600-800 cm™t (24 B D & XD Mg-O-Nb
WAFETNATIVaxy RIBER)ICHET S
V— 7 IR TE R o Tn. T ETERT
DI ODIITIRIRBE 2N ST A LEN S
SR, WOFEHIZ XV EREE 28NS
VL LI TERLo. Thbb, #iH
L~ XY UL by Riim s ) —
NI E A ETEMRE L, KERTIE, <
TR TN =FTOXT LT Laxs R
B ) — VR TERT DI & CIRBLICE
MHLTWA., 2L, 0.1M iz HIEE T
I~ 7 2L N RRNEITERD 20,
TR OB INEIBLR L EICE O &
Boyinode. ZORERND, WRTORA
REAZRETDIIES o720, WK
DEEMNR PN~ T X T LAY T hF v RN
TH ) VTR LTWAZ L, AT
T Ay R(Mg-O-Nb #58) 08B S 1
TWAHZ LR EnNs. 37bb, Wik
HCHIff SN DB R-IER-B B S DR
SNz RSN, WRTTOS RGN
?m%%ﬁ®%@mxﬂkf%é:kﬁ%
nic.

(2) 1 /84 7= OREEHE T E O
AKEBRTHWA T Laxy REHAWER
WRIBIZBIT D 1 8% 70 OBERING kI,
W % N Z T2 WGEIRD 3 ONREZ Hivb.
O EHHEEE DN

@ A a— RO EE

@ WA E DN

TRIRIRFE OMINE, ARE T ECTIEARAEE
THDHIENHETRINTWND., AV
a— MNERFR ORI Z IR O BE L 2 <
ZEVBMBLNT WD, ARNIIEIRES E
DYEIN % 577
ATBRATATCRE E 2 N &2 B, &
BEZBNT 570, B %A MUFTERAE
WOBMPBEER 28NS CTERL
PMN-PT % LNO/Si Iz HEfE S W75 AR
7.
BABHRIFR] O 4 XRD CHIE L 7-%E
WA 2 1R

&) =)
=3 o
) 51
= & &
[ = =
= s _ s
ks & s 5 5 =
. = o
i = E Z =) 5
> S o T & =
= Z = 0 I3 o
wn o = = =
o =z o = 3
gl2n h3 % 2 A5
= M|
0 "
10 20 30 40 50 60

26 [deg ]

B2 FRRRHE 2 2 e S CERL 72
PMN-PT/LNO/Si ® XRD /84 — >/



2 X0 BEEEREIC XS TREIFE O N
(001)(100)(010) 5 1ALz F i L 7= PMN-PT 23
Hsohns-.

BRI 4 20 BRI & 2 BFI B b & H 7=
PMN-PT/LNO/Si A D SEM T HIE ik 5
X 31”7,

3 PMN-PT/LNO/Si ® SEM [fi{4
(Q)FRFRIRER 2 WEfH], (o) fE#RIERE 20 R

3D SEM [Eifg L v, 2 Befigie Lmik
FKHEIT T 7=, 20 BRH#R L=
BHEREITZ OMMBA RN, ZoRHE
TEAR O EVIZEIINEE IS %4 5 B &
(1-V =N b ENTZ(K 4).

8.0x107° * 2h

- 20h
40x10°t
< 00}
-40x107°}
-8.0x107°

60 -40-20 0 20 40 60
Vv [V]

4 BRI 2 2L SECER L
PMN-PT/LNO/Si @ |-V 71—

X 4 75 20 BRI L 7-530ehE, Bk
L COERDIENTa— R Thotz.
bbb, 20 KL< LB DY —7 »
RKEV., ZHIIK 3 1AL DEEROM Y
kst oThsrtEBND. —HT, 2
ReffEEE L7z3lBHaptER Ic B W Ty vy —
FIZBRBDELTWS. Thbh, U—

I OYIRNEERERENE NI EEZD.

20 WfEIHeHE L7 alBHI IR TR 3 -
CEROEGENE oo 2 & TN E
C, 2O =7 DJFRER-T2EEBRD

ND. PLERR D RFREH A s ¥ 5
L THGERURELHEMS YL 5IET
DOREEEEIMIAEYI TH D Z LV HB L7z,
BRI O ITVEII AR EZMZ 5 Z L2k D
ATBRAR T L 2% o R OANAKR S i 2RI L 7=
FiEbBEZbND. ZOHETSEBENT
DMENDD.

(3)ABEIEE DR

PMN-PT X @ A B iR & % 550°C 2> 5
750°C £ T2k &7~ PMN-PT/LNO/Si £k
%R R E CHIE LR R 2 X 5 1
R

401 Ps — 650°C

600°C
201 Pr —= 750°C
0 550°C

-90.
-40.

-1000 -500 0 500 1000
Electric field [kV/cm]

i

Polarization [ 1 C/cm’]

5 PMN-PT OABEIREE 2 24k S CTHE
#1 7~ LNO/Si I~ PMN-PT ®i&iEEL 27
U2 )—7

By B (Pr) &, BNy i (Ps) 2 b L
o, TORREL LY 650°CTHRANE D,
Lol ZhUE, —AICARBEREE A &
WIE ERE S b3 T 72D TH D . ARBEIRE
D b 5V (750°C) 7k O S fikEi L 650°C D
Bk TR, 2 O R K L BRI
HIEE S L THWTWS LNO XSRSz
O ThdEHEZLND. TNEEMTS
WA XRD IZTHIE L7 #E R 2 X 6 12 7R
7.

=
=
Z
=
&
=
=
o
Y

- PMN-PT(200)

LNO(200)

PMN-PT(111)

PMN-PT(112)

Intensity [arb.unit]

=D

10 20 30 40 50 60
20 [deg.]

6 ABEREAZ (LS ETER L
PMN-PT/LNO/Si ® XRD /34—

6 L0 ETORECRIFEDZ2WEER{E L
72 PMN-PT 355N TW5 & L NHER T
4. —15TC, X6 DI TH AT LNO D[F|
PToREE 1L 750°C TABE L 72 3B Che bR .
Z OFEE, PMN-PT (100)(001)(001) L k=R
DD I = 7=, B R & ARBERE DR



FREM 7 RS B ERE | 2 RS 25 D
MR & LT RRRoX bR L.

1(100) + 1(200)
1(100) +1(200) + I(110) + I(111) +I(112)

100
90}
8ol
70}
60}
50/ .
40

BCR 3 [%]

550 600 650 700 750
AREERE [°C]

X7 ABERE 22 S8 TERLL 72

PMN-PT D[] =R

X7 725, 650°CE TIIABEHRE N EWVIEE
BLIARNE] B L CWD Z &b, ABEEE
DEWIE ERE S b T e A, [EIPTHREE TR
X ol ERD. —JT, 750°C TALE
L 72 PMN-PT OFd A=KV, LNO Dlalfr
FREEDY 750°C TARE L 72BN CIRWZ & &
EBIET D L, mﬁﬂi%@#“%b fica)
HlEE L L CofkEl 2 Ri-xm<ky, &
%tbf%%%@@ﬁ?%%wt fEamAT
FTohs.

(4))i 77 il 48

PMN-PT & LNO/Si AR ORI 11 iliH &
& LTLSCO #EA L7zt %2 7~r7. LSCO
DOEEEIL0E) S 108 £ T2 @ >%&1k
SH72. LSCO Dfffg#ia b 7z L~
PMN-PT % #ff X 7= 30 XRD I &t 3
X 8 (Z/~7.

, PMN-PT(100)

‘f-'— LNO(100)
, PMN-PT(200)

LNO(200)

3
— PMN-PT(110)

¢t PMN-PT(111)
'3

PMN-PT(112)

| — 10,?;%

Intensity [arb. unit]

R
il
!

4g
2/
0fF
50 60

26 [deg.]

X] 8 LSCO DfFE %23 CTERLT-
PMN-PT/LSCO/LNO/Si & XRD /3% — >

X 8 X v A& ToRE CTHIMDR W
(100)(001)(010)fc 1] L 7= PMN-PT 234551
=2 DR S LT,

BAEHI X U CHRiB BN e E CHIE L
72-P-EbE AT VYL RAN—TF%K 9 IR

10/8
260 N
S o W

20! ]

25 218
& 0
S 20 N
8 -0
S -60
o
o —

-1000 =500 0 500 1000
Electric field [kV/cm]

X9 LSCO DIREE %2 b S TIERI L 7=
LSCO/ LNO/Si | PMN-PT ot A7 U X)L

—
X 9 7> 5RO 7= FRE W E & fafn oy iiE &
% 10 |2~
80 |
/__———.-—‘
e 10 T —maaEE
< 60 o
S > ‘
= 50
-E: 40 f—_§ ANl e
% 30 o
20/
0 2 4 6 8 10

LSCODEE [fE]

LSCO DRJE 2 284 S CTERLL 7=
B 45 W AIE M

[ 10
LSCO/ LNO/Si I PMN-PT D%
OMARN 5y i

LSCO @ DI X v, 78/ fifis K OV fn
SRS EH-LTWADZ Enn Si MR E
T PMN-PT (2 EMEIS D ZHIINT 5 Z L ITAk
JjJ L/7L\_ T naﬁﬁ{j‘ j_ %ﬂé j_fﬁbt), LSCO
D i WEMEIRAR SR X 0 FE A o v ElE
& CHEMEIS 128 PMN-PT [CHIINE H, HHE)
# LRI 5 Z LT PMN-PT ¥+ EE 5
MICELR T ol 2 L2 EKT 5.
LSCO DOFfE/EHA 0@ H 5 8= £ TIIfEE
DMENNT 2\ D3 CHERE Al - AN/ 4
BEbHicEmLZ. —JF5TLSCO DfEE%k
23 8JE & 10 J& TILomaA BRI Z L IX /2 D
ST, ZDZENG, HDHIEMSIELE
W7D EENLL B BES I L2, b
L <1 2G5 HELL_E OIS F11Z PMN-PT 2
I & zpun vy ) EE M A NE S Tz,
2T, JERERS S HENIN & A TR R Ay Hi
RN L TWA0ThuE, moHmo
BAHEBBIIMEL TS Z LN TSN
5. AWK 8 25 PMN-PT o
(200)(002)(020) P i#ifHi b 2 Bragg D=7 & 5
HL72fE 82X 11 (2779, (200)(002)(020)
DEHPIF—oDE—7 L LTEHNSh, v
SEEXTE o=, [BIFFIRE D
BHE 20 S EEREIIRO TN D



0.20255/ .
0.20250/
0.20245/
0.20240}
0.20235/ .
0.20230/ .

0.20225/

[nm]

E

% F EfEp

2 4 6 8 10
LSCOfEE# [E]

[X] 11 LSCO f&JE%x & PMN-PT @
(200)(002)(020) > [ [ b o> BEAR

<11 £V LSCO OFERENHIMNT 51T EH
FHEENIE L. o2 b, JEfES
TFEMERTWS Z L3R En-. —
J7C,LSCO DN 2f@noefgEcl,
8 ELL E Tl Mo & N e s, F
72, 8 UL E T HEE LN T D A5 R,
ERRMEOR R L L., ZoZ En
5, JEMEIS S O¥INC X > T PMN-PT O#k
BN LT ERRBR ENT. 2Dz
& 1E, Yokoyama & 725 L7z BT 5
PMN-PT R OFESFE A SV 7 (K& 872 2
[S. Yokoyama et al. J. Appl. Phys. 100 (2006)
054110] Z & D E7RJFRAS, Ftlimn & DS T
LD THLAEENSD Z & ZRL
TW5. ZORBIZZNN DD PMN-PT #
FEDIFFENZ BV CTIZE K72 B &2 Ffo.

5. TrpdgFam L5

(%R GF 4 1)
OFHEE, REEW, Sooirke, ¥,
A LI N/NE S (6 A e AR e
HiiE & BEARHHMEDBILR” 5 46 [RIfE AR
EINSHE (2017) AR

(@ Takashi _Arai, Tomoya Ohno, Naonori
Sakamoto, Naoki Wakiya, Hisao Suzuki
“Effect of composition on CSD-derived
PMN-PT thin films on Si” The 34th
International Japan- Korea Seminar on
Ceramic (2017) EFEF2
@FHEE], REFHM, Foowmid, e
B, AAEREL SSRAE BT X v 7 R
DEWIEZ L DR ELIWET 17 Iy
7 &Y A A7 =7 2016 (2016)

@@ HEE], REHM, Foomid, e
B, RxEE, g8ARAT  “Si HEHR RiZ CSD
15 TR L 72 PMN-PT @5 0 B KURFIEIZ -
A D EMEEORE” % 6 [0 AAET
v 7 ARG AR R AR S
(2016)

6. AFZEHLAE

(1) WFZEfR A

i &S (ARAI, TAKASHI)

TR T3 m S B2 - W 58 - Bh#

W& %5« 80781244



