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E{LLYE M ORI TEDH, IETT fhEZE R RS DR T EE DTN | [~ F—2 3
HRVEIT2D  RITAEEL W, 20~ ED X BB RZ— O — 2713, £
Pb(Zro.44Tios6)Os 1£(002): 43.718°, (200): 45.092°, Z£ i A&ty P(Zro.s Tio.42)O3 1(020): 44.487 °
TdD, xyz BT [0 OFE S B - 7= 55 B I BT, SR OHIBE X SRIEHT O k& 722 R
BIE XD FRETHHD, HNELAI 23T 4 De—BlC I BV CILsh R O FIBNE L, £
7o XOBRIETIE L S G BE OREIEFHI AN AT BE T DA%, 22 M/ fREEDS 10 um F2 8 & Hrige
(8| 58 T T 2 13 22 T A0 FRRE CHIBI T2 DLW E WS T3 B D,

T RRAE W R k&L CL B RREIT 238 5, BB E 4T 13 BRAR B 75 - [31 47
(selected area electron diffraction: SAED)% f\ 52 & T 100 nm~#kum O8I, R4 E 1[0
P11 (Nano Beam electron Diffraction: NBD) % 52 L CF /4 —4 —OREIK O fE bl it
W RAIFHIENTE X BREIHT LSS ORI E D FTRETH D, LHL. X BRIEHTE [
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FRICBLIA OYIBNX FTRE T H23[20, 32]. R OHIBNTEEL Y, F7o, T L THIEIZI W
1T A RN T DRI~ O LA B BIEIR A THY | BIE LI T TR
FURNTFZRNZERE T BHND,

Pb(Zry, Tisx)Os (2351 % /& 22 ] 43 fif HE C O i 5% « Bl ) 5 Aifi 13 375 38 L 28 1 WA 85
(Transmission Electron Microscope: TEM) [39]Z1Z U O B~V TOMENTREARIIL TE TV
DT NAATGIR TOFAMAEHE L,

AHFFETIE, T~ 0155 AT Ph(Zr, Tis)Os Ot D it 7 M OB A1 2 5 Fm L7, 7%
L 3T,

1.3 BEMbHEEER (ZnO)
1.31 ZnO DOE

Zn0 (T EEDOMARIM B CRMED 2K ZAl CEIREN S B2 IEnD, I RE vk
T5 A EEE T LAOMBEEDA BEE FIRA % EES . R B2 S Fex & D
EITIRSE KL TCWD, Fo, BT ASAAMEHEL THE S TS,

IR IT T IV Y SEREE D ZnO VL, Wik T-ZE M O SICB W TIAR AU RE Yo 7 (]93.37 eV)
ZRFOEBHEBA O HERTHY (X 1.4), SRy 7 IZF Y75 320~390 nm DR
W T DV ZFF> T[40, 41], Fo, BN EEEZFF>T0%, Zn0 132D E
NI BRBFHEEZ A 302800, BT v 7 /U RZ0, k2w (Surface Acoustic
Wave: SAW)ZEDE -7 /A AFEFE L Clig s <A FH ST 5 [40-46], 72, B TH DK
MDA DALY (Indium Tin Oxide: ITO)DEAEI L L CHIEEREL THH
WHITND, A2 VT DAXTRICI TR Z R > TODDS, AP0 A(In) A &8
TEliE WS TRRED DD, ZAUTKL, Zn0 1T BN SEREL TEE ThHID, &7
72 Bt THIE SN TV,

TR, ZnO 1349 3.37 eV DN RF Yy FaRiHZLinn | BUELfE/R> TWDLETIY
L(GaN)RIENLAF — R D, FENLIRIMNKDOIE L AT —RONEFT A A
EHELTHIEE SN TS, IR TORGET /L —T GaN D) 30 meV (24 LT, ZnO iX

2 f%D#) 60 meV[40, 41] THAHZLND, EMENRDOILE 77 A ZAAMEL, Fioid, EDFEM
B L TR S TS [47-49],



Bandgap E2nergy(eV)

4 35 3 25 15

| | | | 1
GaN CdSGgP GaAs InP
QZCQ) 0 0 ¢ ¢

n ZnTe
uv IR
| L L L I | L L 1 I | L L L I | L L L
200 300 400 500 600 700 800 900 1000

Wavelength(nm)

1.4 RO RE s

1.3.2 ZnO DFEELHEE
ZnO X, WgNE+ Zn NEA% 2 [l de> THigh 14 Zn? " L720 | FRdRE+ O 3B+ 2

ST TRt AT O Llpo T AT UFER L TTEDAA UM THY, dhLERFE N
TNENBREOMELFFD, ZnO DLV DHHESIEIL, /L Jii% & (wurtzite structure),
PAHEEAHEE (zine blende structure), A HERIE i (rocksalt structure) T&HY, Z D HCTEV )21
(ZLTERFNTY VY JEMEE T D, PIHSAIEIE, T SR EER L CORERIZE>TD R
LETHIENTE, AR B\ L) TRHZENTED,

VY PREE TN SRR T 20 Y SRR E ORE S T D, N ERT VY IS LI,
EFERDMEX M GAF L DIFF, X AT DA ZNEND RS DA ARG E
D EWHBEWORIZ AEF RN 4 FAZOREE THS (X 1.5) . ZnO /v ik %
NTT B IE DAL 72 F5 D | 22 [T (P6sme (C4,,)) IZJ& 3 5[50],

[0001]

1.5 DLV iEEZnODAE X ((a)fik A, (b) HLALES 1)
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1.3.3 ZnO DX KatEE

R MRS I BRI S B - 2 D728 | RIGDNRHEICE D IO 7250 B B 2 D03 %
ZEE, FOWEEBIRET D20, Fiz, T A AD R b AZ IR Lo OH EH
ECThD, 7T AAMERIZB W T, MEHI KRB AET T D E T RHZEBFIRRICEE Th
%o ZNO IEZFEFIPLHMED @O E TH LT, Zn0 IZB W TH K IBIZB 328G e s
TEIZ, ZnO D3V R F 7R ORI, 4 BIZBW TS RERFFERE THD,
FDT=0 | KIAEE DI BHREE~E D L7258 % 5.2 270>, 85— L EREHRL[51]. YEm I
TE[52]. 7+ ML vt A(Photoluminescence: PL)IE[53]5% . < DRFZER 2SN T,
Fro. KB ERNAFAET DIRESE KaZE Db D DRI DWW THF B TE72[49,
54, 55],

ZnO I I— IR E AL AW T 72 b Zn & O OFLAIEAS 1 5t LIZ720icvMbEamE s
b T, ZOJRKIE, Zn0 FOEFENKITLT VNS THD, BERITZ DR WEKIED
Z . AERLR RO @R NI W THRIT 97 < L BER R IS R 38 i K B D FETED
ZnO DFFHEIC R EFEEA KITL TWD,

ZnO JXHR n TR E M A R U B RS E RN HE L, Z2EMNT p BORENAFL2L8
DEELWNZEDVHBILTD[43, 54, 56, 57], D72 | F - SRAMEIR DI - L L CHIfS
SHTWDH, ERBIRIENT SARLFZEL TR, p BOMBREMZGDZE R R
KELT, ZnO T ok Mgn oI Tm R RIB LD RN —L L TEIKTZDEE X B
TWD, LonL, BeR KAl n TR E I BALR L722V [43] L O <0 f el TR AL 727K
FENRF—LLTEIK [54] L Db H 5, SHIT, KifaE RN —5E O BSRLHBEBER IS S
[53, 58] D ELH LN RHAME THD, ZNHDZEND, BEFE KM n BIOIREMEDBEFRIC
DUWTIERTE G H TV VR[5, 59-61],

Z D728 | BV T O R EAE T D ER RO LTS, BALISA - D KA,
Fe R R i, dgn ke, w1 RIERSRE, M- RITER, 7 F AR ZRITHN5D3[59, 62, 63]. =
DHIHERF—DJFRIK L2 RMaE LT, FeF Rl t& 1 HIMER 1 D5, FFIZ, ZnO T DOEEFE K
fai. FRR DBV RIEDTZD | AR T S A A ER AT B AL TLEI KR
LTHIBITND[61] L, BERAA TR ITTR DI | BEFR K MaE Db DO E 72l
ENFELL BRR K MaE Ob OO EREFIIIAE HME SN TR0,

ZnO DR [a% L 7=BEM O ZEL LT, 74 ML IRy B AIE[62, 64-67], - AR I

nEs7£ (Electron Spin Resonance: ESR) (78 - i JL 1 (Electron paramagnetic resonance:

11



EPR) ) [68]. X #RIEI4T[69]% ., ZnO (23317 2K bial B3 D | B4 [70, 63, 71,
2] ES TS,
HuETa—T LU THWERIGRHE EEL T, 74 Mo RERSH D, 74+ MLIXR
e AR EERIC BT DM E S AR5 vt A% JET 5, AIr Y
LIIMEIZH DR NF —E 52 T L72IREBND, FIEEWIOTE T —A it 4
HIEEZ WV T DT RAF =PI OE | ENET VIR B AL, HAEIRES
BUIDLTZHIIRy BRI, AR vy 72X NF— LD KREWVH =R LT — D%
S22 TRhESNZE T LD, B T L&A T2, 2O T2k
NURF vy 7 ER N =T HEDZRLF—THEDT, 7+ NIy B AARIWVRIES
FTHZEICED  NURREER SR vy T ORESEEBIT, Ffh FICIFET DMK 1
RMGDH Bl ZDEAIRRE/RE DR TE S, Zn0 Tl AR W TRIGDRIK LS
ZBINDEE 2 IRANRT LN SIUTOB[62, 65-67, 73], ZNO D7 4 MLy AT,
INUREGITEE DRI TS LREESN FE ) (380 nm: 3.26 eV)@%%ﬁ’éﬁi‘a'bD\ 480~520 nm(2.38
~2.53 eV)IZR [ EIZBIMR T2 HE I T5[64], Bl 1X, 2.42 eV (510 nm)D
PL &' — 7 LM, BAE-1 OFER KIGIZELDbLDENHDILTD[53, 58], & 1.1 [IZfEHR
RIEIZHRT D7+ I IR B ADRNE R T, TH IRy B AT b —Y =%
TEX SIS L C, il S e z281H1 350 T, RImLELCEMRE 728 7L ORiTL
P2 LB U7 FERRE - IEREAR O E 715 TH D,

# 1.1 MEXRMBIZHFKTDET7AHIIRx BRI

nm (eV) 275 SCHK
447 nm (2.77 eV) [73]
486 nm (2.55 eV) [71]
490 nm (2.53 eV) [54]
507 nm(2.44 eV) [74]
510 nm (2.42 eV) [53] [589]

Zn0 " OERFE DML Z ST+ 57 HEEL T, X #OEE Ttk (X-ray photoelectron
spectroscopy: XPS)A3&5[69]. X #CHE F 43 iEIL, JeEF 0t 1 FETHY, o7k
1T X ERIL, ELDHE T OTINF —ZJETLHIET, WEOT KR (Kb~
B ) A=V DIEF A (o T IV ORI R L EDEAIREE) 2002 L3 TED, X

12



BILEE T HEIEOF R EL T, KFEEANVT LLADIZEHOPHICHE DO, BLINEDE
ARREDN DD (B 21X, Fe(ll) & Fe(lll) BXBITED), Lo, MEEIIA DT —H1ZE
ETHEE /L MEDIEHR KK B2 T2 LIFH LV, Fo, A TIITFvy—o7
Y7 NI DD THBED N XFRIZL > TREWAY A= 252 1 T 570 IEREITIR g A R
LaWZERHD, mEZEFH TORE THLOTH T IAIIRITHIBRA B DL\ - T3 &
Do

B AL LG (B R R TE) 13, ARXREE - 0385 B IR A U2 e
[FOBEBLBIT 50 LT, BF ALV IHIBOASTNVIREE | g B, HlE, S E
END, A ETF2H TORMECAC TR O &, i, HEE, FOSIZRET21F#mAE5 5,
A AL SRR, B REMEIR O 2] E FTRE T D, ZnO 2% HE AL LGz T—
OIRFE KA LD T AL LI D A7 ML MBS TV V553, 54, 58, 60, 68], LnL .,

— DR FE R AV, 1L BE THAHDICKT LT, AMOBEE KM, X THHOTE
F A IGED AR MV RIE T HILITTERY, £, AL HIGIEHE 2D H|
ETHY., ZEE D RRENTEN, SHIZ, WFERI IR ANDESREDY TP LS
ND, Fio, BNV E =T B2 ANDLEDRH LT | EIOTRIZ L > TN L%
L7025,

F7o. BV —R A IxvE A (Cathodoluminescence: CL)[63]. X #RIEIHTIE[69]. X #RIGFE
43 Yt 35(X-ray photoelectron spectroscopy: XPS)[69]% A\ 7= ZnO M K kAl 1 T4 T
2o

ZNBDRRFEN 2SN TEIZN, F T B2IERDO KMo & &7l 5HE Th o720, ZER 77 fif
REDRHED FL<IRNEWV SRR HY | K72 ZnO T OFERFE R sl A fE 8L, & 22 M 53 i
RETITOZLITHIR TR, ZAUEL, i\ V22 53 AR RE C i\ VR BE TR DR SR K b B3
T2 LNFIENRDENTND, T~ mtikid, FRmEE - JERefh, =22 Mo fFRE. &b
DR FRER DT ZALICBUR CTH DLV S TR R H D, Z DT T~ 0 hiklE
PbTiOs Hif[75-77] <° BaTiOs £ F3v 2 A[78, 79] DEEZE K KO A i iz, ABFIET
(3. T~ itiEE T Zn0 OIS K Mz aHili L7z, FEMIEHATITR T,

13



1.4 FEUBNYUL (BaTiOs)
1.41 BaTiO; DHEE

GRS B AR B L TIE Pb(Zr, Tisx) Os DASFI ISV TWN D23 T4 Tl BREE~ DR
SENEAE R TR ET DM ENTR T DHIR DL 7202255, T DT=8  Pb(Zry, Tiix)0s DR
RIRF BRI LIS RIMFERD Bi R Nb RAER BaTiOs 234§ I HIICHFJES L
TW%, BaTiOs 14, 1940 FAIHNZ Y & = /U VBT )T LRFTITIRNTHE RSN T-50GH
BIRTHY, Fo, mHNFE RSN T A A MEEDHRFHEEAR THH D, BaTiOs (X=EIR
IZ3UVT 1000 LA EDRELRFEREZRL, fERMEOEMING, H<OHOIFFEE UL
HSITE,

BaTiOs O EERH M - BRI, O LT Eamt ., MO IE , B IR D~ a 7 20 A Mg
ED A YA B P AMIEEIN N2 8> TREZ 1T 5, BaTiOs |15 EAH
AR LD 130°C LELHRAVES , SHICBRIHIE A R 3 ZeD Ol BRHE DR E L TN
ZLWD, P AF R Ca AA U7 E DIRMINIZE>TH BT HZENTES, Ph A4 Ca
AF 1R E R RISV BaTiOs (TR VEEHPHIZ W CTIE T SN E (AL TED IR
D, JEKHWSI TN,

BaTiOs %, IR CEWVHER, RAFRIEENA R TIL00, Bt I7IvrRar 7,
1EFR#E (Positive Temperature Coefficient: PTC) Y —IAX 72 Siig A< S TD, HbfE &>
I AAL T RN R R AR EME ST (ESR) ARWEAMR B S 25 0 2 2
(ESL) . Mt BN AESE AL, AV — 7 AU ATRESND/NIE TR L - T
WBRF] R 72T /3 A AT 5H[80-85],

1.4.2 BaTiOs; DS

BaTiOs/3 ABXs BUD_u 7 2 A M ZFFD . AV ARDUT S (Ba?) 8 BN KE T
DETARUT, B VA DTFZAF 2 (TiV) 8N lEFR AT (O ITENE DR D
PRANLEL , FLAoAT BB RAT A END IR AT A THRE LT iR\
AT EILTOD(K 1.6), IR TIE, NEF RO~ T 2 A MU EZ Y, ¢ #iiZ% a il
FATHARTH 1.01 %EW, Fo, TivA A0 ¢ 7 s 3 s, BaTiOs DR TOH
FHEIEOEIFIL, 20 B $ A A THD TiA AL LEEFEA AL DB LN AL D5y
RRIZELRIL T,

BaTiOs X RIL a7 21 A MR AR ER L) D Pb(Zry, Tiix)Os £ F 720 | BRI AREER
LT, BRI T A (ZEIRE : Pm3m) 240 JREEAS FASDICHEV 133°C CIE il (22
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[H17F : P4mm) | 5°C TR il (Z2 [ : Amm2) | —80°C TZE i {4l (Z2 M1 : R3m) (AR 5
% 1.7)[86]. M2 J5db AR TIL B I iz Ff7- 3 Wk siE (EERMERR) 2705, 2 LI TR
FHEEAHAE L R R R, B8RO ) 3 ZE m AR CIE[111] 57, &5 s CiE[011]
J7mE], 1EJ7 i CIE[001] 5 A mIk,

F 5650 Ps 1T EFIZhE> TR L, FRERRE IR IR W TR T 5, — )7, hEH T
FHERRSIRLEE T 3ot CHRHUE M2 R, F7o, WEEEER Vdd, WihEMEIZB W TAWIRE
FEPHIZIED  IRELRIE RN HLZENMONTEY, T2 — - TARAIEME T TV,

£=—" (1.1)

T—-T,
ZIT, ClEFal— UAREH, ToldF =V — - UARIRETHD, TolIHEEBIESE Tc Lo
UNESWREETHD, B IR Ps & B IETE 7 x DRI,
Xs=QPs2 (1.2)
DERD DD, BFEES X ITREE N U TRIZAICIAD 7228 b5, X 1.8 12,
H L35 B R ORI A~ 17 [87],

@ A-site Ba2*

@ B-site Ti*
O O-site O*
< a >
a=b=c a=b<c, c/a=1.01
T>Tc T<Tc

[X]1.6  BaTiOgf&aut#id ((a) 325 dh. (b)IE 7 k)
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10000—5 PT i____ :__

% N/ :
}%g 5000 F
80
0 F
-150 -100 -50 0 50 100 150
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(b) | i i
4.041" L. ! .
ZEHRE L BT
T 402y c-axis
B [ MVohane -
sl
¥ 400F — ]
A y
3.98 “

-150 -100 -50 0 50 100 150
Temperature (°C)

1.7 BaTiOs (@) 1-EH KL O, ()i R DOIR K74 [86]
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A 4

%
g
S

T
PR IR

[X]1.8 SHFE RO H FE il i 8 RO E MK

1.4.3 BaTiOs DXt

BaTiOs M SN TV DB E Ty 7 AaL 7 Y OEMRIL, fE K@ M7z 72w A (Pd)
ARDME ST, BUETIXa A BfRADIEH I 2l B4 )8 Th D=7 /L (Ni)
PMEASITOD[88], LAL . Ni MBI BEROBFE T ITRILL T WV RSN D ST
$H[89], Bl THE TE LIRS T XIIERRFE 43 FIZH1 T 1000~1300°C il THEAK
THLERDD, ZORE, FERL TRV CREE MBI BaTiOs HIZEERHE K a3 TLE
9. BB TIv 7 Aa L T oY & R 92 L BRI FI NS i R L~ T 76
BRI O BaTiOs HIZ —ARICATET DR KL, IEDEMEH L TNDIZDIR & (TH
Y —RMUNZBE T2, 2L ThY— RN JRJTEL L 7@ R KM, BB Iy 7ar7 o3 o
MR IRPTZAR T S, BT IE 2 5| S 2 L35 2 BTV 5[90-92], 2D L9
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F 2 RN D OWESE R TR T OE VR O 2R T S L E R LR DT ENHS
NTERY, FHUW I LR ONESE R KGR 2l 52813, 52 T O &K O FFamam b
SHDHILIZEEN D, ZOBXURERO T THE 4 5E 1 L e B 1 O TES) B 0O )
ITONDTEDIT, AT PR 2B T HZEICEOM ORI KR EC LB S (L7 ke
~ ATV —a) X MEEETIv I AT T U BRI LT DT T, E DB ELL T
EYUSSNASIST VR

BAE BEEIIy a7 o ofRE KMz E T 272012 BURIEE i E 15
(thermally stimulated current: TSC), & = % /L ¥ — #8243 J. 7% (Electron Energy-Loss
Spectroscopy: EELS) W = FiEENRE RSN TND,

Bl IEL . SRBHI BN 2 D2 LI X BB NI RSO B N Ty 7 & A S
AR TOR BT, 2 MmER, BB omERZNET5FETHY, MEZELOT
LIa~ AT —al gl R oTe O Db AR LD 1 2L 2 BTV 5[93, 94], 24l
WEETRIEIL, T2 U LT2 T Ph(Zry, Tis)Os O K Fa%e FE DFHAMICE VBT
VW5[39], BUIEETTIEIL, BLm L7z E R PR B L OB LA 4 | BLOWE P OX v
UT 8T 7 D X708 DAFAEZ R E T HIEEFREICT D03, OO ERTE B R e D
FEAEM DR, 20 B2 ERICEREEN T2 LIIRETH D, 2070, B¥ 5y
R DS RE T 572 801%, BaTiOs O =V —JRE (130°C) LA L CEVRM BT E 21 TO M2
138 %[95], BRI AEVTHIE D KMo 2R 220 kD, BRI AETHIE X2 4],
FHEARPOBEMBGLPEIRONT T YEN ORI EE SN, BTl im0 0501
EECRR AR O FE L L THE SN TV D, BV ETAIL, B -8 - Mkl

DESHFFESE FTRETHD, Eio, FADNORIMVEI, L — P =R EDRE 2T 2%
N9 52L& S DOBLNT » 7 B AN E T2 F b ATRE TH D, o FEfhz | E
T HIIELL L, RZEERENTE (Differential scanning calorimetry: DSC) 238573, #4
HNZA N2 ZE B S0 ) F R R DV NS WG A, IE RN EEL 720 | BV ERIE IS LD
RHDIE 70D, LinLRn3 6, BB TRIE LV RO TR Ba % EIL, o 7 VBRI E
FTDRMGOFHETHY | 22 RREIZR N, Fo, B S ICLDF YT DKL B EIN
TR, E5IT, Fe s KM LA O R Bt JIE L TR KM THL0 30BN Eo
ToRRED DD,

BT — 8K TA[90, 96]1F. D3RR T D BRI - L O AR
RICEV R =R NF =2 ETHI LS T, WE O ILHESCE TEE o35 Fik
Thbd, TRF—H X #5387 (Energy dispersive X-ray spectrometry: EDS)(Zk~TC
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BEILFEOIRE N B, ZRNX —FREDR R W EWV S TR 355, £i-, B E 1B
{%(Transmission Electron Microscopy: TEM)IZ A} B L 72 1= /L — R K75 ML 3 1322 ]
IIRRED EL MBEELRWEITFRER L TLEIZEN D0, SHIT, mHEITE- T
(EERRE T AN AT BE T D, LANLIRDSG | AR ~ DRI L 205 bh BRI AL £ 720 |
T AR DO EZORNENRTER,

3R R et LA E . s, s 22 W1 00 i RE CIiE SR R g% /E B RYICHIE TE D FIEAKR
DOENTND, TDTDARBIZETIL, 8, BIREE ., 522 o fR6E . MR - JE R TlIE
T&HT7~ o itiEza FV T BaTiOs DS K Kz & BAIZRHI L7z, RIS TSR,

A/

1.5 AHEOBH
AWED Ho9lx., BEFE ORISR OBBE S 2 TR 3K, T~ 0 6iEE AW TT /N &

MR ORE &R 2 = 22 TR o R BE . FERREE - R CITOHU A2/~ T A2 2 B L LTz, B
IREIZIE, FRSCOH DO 3 TENHE 5 ORI T LI, PO(Zry, Tity) O3 D it R EBL ]
ZnO K O BaTiOs H DR K ek, 7~ iz AW CRHMm 2 8 & f S L 7=,

1.6 AFWIXDOHERL
A L ORERLZ LI T, 2. K LOWER N OB EOE 2L, FIZieih 345,
[ FIE i ]
|
o

%BE‘ /r/«r4i;: %BE
BT ~ o ik Ve HIGT~ o tiEE Ve
L AL ISR (ZnO) o) 5 42 AU 1 (BATIOy)
Phar T, 20 e CET PO KA
i - BT NG
e )

(1.9 FRSCOMERL
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BIEIF#R
e D S B LOELRIZHOW TR < AR B %7~ T, £z, f- M5 525 NZEF
et B IOV TRRICIR <5,

SRR T RBARE & O E I |
IS ARG LS [ O U J ORIl E (2 DV TR~ D,

EIE[AESRFE T~ B RO EF 2BV a B (Pb(Zry, Tiix)Os)
DREE A |
T AN MVOAR A FEARAFPEIZ DWW TR L 72 1% . ARS8 T L7 IR DUV TR
RD, WIZ, Pb(Zry,Tir)0s OELA RO ¥ A2 HAEELL T, BEMEERD RS
Pb(Zr, Ti1x)Os DT~ L BELFR L D A« BUEL I DA G A BEAR A DRE R A7~ T,

BAR IR T < 3 EZ RV BREEESR (ZnO) H DERSR K KawFAf |

Zn0 DT~V AT MU DWW TR LIZ% | BRFR KK DB ATTIE R OZ DR RIZHONT
Y, BRI AL ZnO Bk fh M O RICHIT DI R A A AT R HIRENE—F
DT =7 DEAL LR KB LD ZR T,

EHEILIRT v 53tk E V=T 2 B ))Y A (BaTiOs) H (OFR SR R e |

BaTiOs DT~ AT MV EMIGT < L 43 WAEIZ DWW TR L7212 | eS8 R M DA TT 1A
N O DfERIZDOWTRT, IR K aZE A L7z BaTiOs Hifh dh & URICI 1T DI K
Bals R L TR ICHBLT 2T v U AR VIR EE LR R R e s OB A R ¥, ZOK, 36
BN A W CERE RIS BR T2 T~ AT ML 2B RS, 0TI ESEEL VD
BOANI VA ZRIE LT,

FOE [HEHE

HITDLHET CRLIIAERLY | AT RIKORIEETTH,
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H2E HBIRE R IR
21 F=vmitis

211 TV HIEOBE

(a) T atiEDRE[97]

T IEEE, HEMEICHREA LIZBRICAELA T~ o BEL AR L T ME O &%
S 2 FIETHD, IREE w; DI AFT T DL IRENE w,; D (APERGEL) Oz BN
L DR K w, 72T 2 LTk (w; £ wq) A3 HGEL GERMERELD shvd, ZOHELEZ T~
BELEPES (X 2.1) . BARNFEEIEE L TR FRE) (T4 /) & 2 58 BELEO I,
NG (e )e) ERICHE R DIEDITINNT, 74/ TR F— 40 T 2 DR 12T bt
IO TN INEENTND, T~ HELEABIZR T 5281280 BEELE OB 7 138l
HTE KT OT /0 DIREA DI EN RS, BELDCITIT3FEE DY | B eI
W B (w; — wg) DHCELN A AN — 27 AT~ L HEL (Storks Raman Scattering) . & 5 £ A
(w; + wg) DELELYEE T v F A—2 27~ L HiEL(Anti-Storks Raman Scattering). it & [F]
U (w;) DEEL 2L AU —BEL G (Rayleigh Scattering) EFE5S, AR—27 AT~ L HELD J5
INT > F A= ZHELEDSREEDSTRNO T, | T~ 2 o0 LTI AR O HELE (R
=2 ZHEL) 2 WE T D,

F&FIRENC L DT~ B, - FIRENC L iR RIS B b 5 28Ik AL D,
DFED S FIRENC LD RN AT DIREN N T~ AL D (K 2.2), ZOTEND, T~
VHELIEL R T Y AT R TR ED, 2O HRT Y TS B E A BRI R 5 2 &I
FOPRTETED, SRR T VIV DHE 0 TRV N T~ AT AT ESE D, T
YKL RO FREICHED T2 | T~ U HELDEOREIZ L > TR d Ol 21T 285
PSAN

FEFARE) (T4 /) ICEL DT~ BilLE B 2 %, FEMEE—NIRE w, THF2REIL T
ET D, ZORE, P IRENDI2NEZD R EZa b L, aZEEET DL, DiFazr IO
ENZHOWTRERALTLROIEETELE

a = ag+ ay cosw,t (2.1)
ERDINDEREIT D, A IDFE VTR aD FE, F2HITFOE DF TR0, F
HNBEGE = E; cos wit DIEHART DL BHA-E— AP = oaE JY,

P = ayE;cosw;t + a,E; cosw;t cos wyt

= ayE; cosw;t + %alEi cos(wi — wq)t + %alEi cos(wi+wq)t (2.2)
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DI AT — A ISy T PICFE SIS, ZORF RN 3508112 X0 e a iELE
Do ZNINTVEELETHD. FHTHITIRE w0, DL AV —HGEL, 525 IRE K w; — 0,
AM—=Z AL, FEBHEIMEB Hw; + w, DT v T A= ARELEZR L T,

TSRO TR EE N F AL > TODD TENLDSE % 5 2 WIS % (ALAE
AEELUNAGDEDUENDD, £ ERDJE o, CAMESHZL TV . n FHO
BROBEBOMAAD kg1, TERDOSNDETDE, n & HOROAIT

ap =g+ aq cos((uq - qun) (2.3)

L= o Ty M - — ALk P Id, QISR TR OE M b7 L F o=

2%,

P, = agE;cos(w;t — kiry,) + %alEl- cos ((a)l- - wq)t - (kl- - kq)rn)

+ %alEi cos ((a)i + wq)t - (kl- + kq)rn) (2.4)
BB D Py MBINLIE R I/EDE S TR Esn (3. AM—27 ZABELICIRAVIE,
Eg, = Eg cos( (k — kq)rn ks(R — rn)) (2.5)

ETOERDLOETH- ORI
Es = Eso Yy cos(wgt — (ki — kg — kg)r — ksR) (2.6)
T LDEHZIZHONTORFNTHH L TR(2.6) 1M MEED D720 O MBA-45 S 1%
(ki — ks —kg)rn =0, DFEVkg = k; — kg (T2 F A= AWELDOEE ks = k; + kg) &7

2o
Oxx Oxy Oxz
SR VP = (P, P, P, INEL BT Y b = |Byx Gy ayZ] I DERAY
Azx QAzy Agzy

NMVEE; = (Ejy, Eiy, Eiy) £95&
P = aF; (2.7)
THZBND, ZZTHIRaz 2T 2 ER 2 T IRE DAL D,
FEVEERE Q, &%, o 1% branch(fiti . BE %) THD, /3T VO Rs7 I

oa;j %a;;
Ajj = CZU +Zo‘a ]Qo‘ +ZJJ’6Q aQ] QaQo‘/ (28)

DI, BREND, H1HEITZ R —DZELDR2 M (w = w;)0 REEL (LAY —BEL:
Rayleigh) TiY, a iZ FHHRIE CO NIRRT VLTI HELTIZF G- LR, 25T
L S VB D7 4 /> IS T= 1k 7~ H#ifL(1st Order Raman), 56 2TE 2B D7 4/
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LT DI AL T2 2R T~ i EL(2nd Order Raman)Z /=L TV,
TIRREET I NG DT I NV RO T~ T Y NV E WA E 1IRT~ CHELD
HFEZHEAR) T~ TR,

Rij(O') = ; (29)

2N 0 TRWERSTETED, DEY, T~vr Ty n2Praiclipny Q, TROLbENLIEIE—F
DHT2 U EELEBIER T, ZhaT~ U AEREN), IREIE—R Q. 3T~ AR E NI,
T T Y NVR(0) B RIZT D LI TIRED Zhd Q DXFMEZE 2 IE LW,
FERICR W T, YR T — RO FEN DD /3 MR K 53 O kBRI S [RI US| 2 0D FL R
BE—RICLDTv U HELBE DD, DFY, 2O OB T 5 AN T, ROy
EHMEREIE — R, FICBERRBO KL DL X0, ZOREMEET—NIX, ZO/ I
2%,
Qs (1) = ug(0)et et DISIZHEITHEE,

wj = aliEjje ™t + R (0)ug(0)Eyje~ (@it@al Dt 4 2yk bl EorghR: (2.10)
BTV AV — B (0 = ;). HB2HITTKRT v HEL (0 = w; £ wg(0) THD,

1 RI~o TV ME 1RT~ AELOBRA 0 = w; + o BEYVELRFR] ks =k; £
kq (M 2.3) (HIZBWT, AOFFGIIAN—7 ZABELUZHIEL , IEOFF 513 T > F A=A
BOELIZKREIST72) KON b OO R ED, ZNa T~ @IRAIEES, T~ T/ 0
B A3 V3R et D e e 2 BERR IS~ 41140200, Loudon 128V 32 DfEEmERIZKIL T, £ D
HERIRBUZB T 2T R TCOT ARG E—RDT~ T VR ROLILTND[98], N FH

i wruzite #EDOT~ TV E DL ISR,

7% 2.1 RJ7dh wruzite fEIED T~ T 1[98]

System | Class Raman tensors

S IR

6v

Au(2) Ea(y) Ei(-x) E. E:

IRV PAZE DB DO E KA MVE

d?p

Es o R X R—gfz (2.11)
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DBIER®HD, ZInh, E1Xd?P/dt? BN E R TYEDH NIZH > T AR HBLAL
~ORINL R AZEB THLHIEZRLTND, LI035 T, AR HEREL ORI ML
BIRT DL T R T YN DR Z 5 BET DT LD IR D, BIAIE, xyz O fhihzt
Ot EnC, z il 5 A CEUIIS VA BELGIX ., 0 MROIEE) S5 17173 2 Bl EiE 72k oy
P = ayyEix + ayyEiy + ay By
P, = ay Eix + ayyEy, + ay By, (2.12)
DHNPBNRT D, DHREET LIV DS THDHH, X BT I A S EHELE O 7 MR
LTCNDEXIT, ay BBRT 2,
—WRIZIE, T ERELIRE | 1 X RERT Y NV E BT BT VR R RO T~ Ty
JVRZHWT
I < |E; R - E|? (2.13)
ERDOIND, 22D, TV UBELDECDFMIT, (B - R “Es) # 0 THOZENDD,
TG AR IVERIE T HBRORFEEL T, AR NEDRE; . #ELEOR Eg. A
AT H ME R IEEAIML ky ARDCOEIT H Mz s 3R ML k& T 58,

ki(Ej, Eg)ks (2.14)
DBHWLD,
SR P, LB E R e, iRFa, BERUES ey DI,
P =(e—1)gyE = aE = y&oE (2.15)

DOEURDRHHD T, iR aE WA LRI THHN, ZZCHERDOFERe DT~ 8
8 BERAo,0)T7 4/ DOENE ug, Uy, . a2 HWT

e(w, 1) = e(w) +zij—;+§zi,j%;wuiuj oo (2.16)
DI, B TED, BELIRE | IX1R T~ BELOS &

2
L7 (u?) (2.17)

THZBND, w I —P =N M EEE, u X7+ /0 DIRETHS, ZHUT7+ /1280
BRENT-FERICIVIV U BELNELDZEARLTWS, DX, T~ BELFRE T, #&
FHRENCE R F DN I TEFIRENRE N T B Z T AN ID, R EHZ %R
LCuW5,

(b) T~ HEDE TR
B SRPUR T i@t (dipole radiation) LT\ w; + wy DYEMBLIS DS, ZALTET-Fmidic
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BEEME DTN —Z AT HZLITH Y 35, BELRT# T L% —LEE B O R
RO LT LA, 2(2.18) B3RV YL,

hws = hw; — hw, - AM—Z7Z8GEL: 74 /R

hws = hw; + hw, - 7 FA—=7 ZBEL: 74/ HIK (2.18)
AN—J ZELEL T, DS FIRENC A DY, 74 /U BUEBEINT 5, —F, Ty FAN—T A
BOEL Tl A& FIRENDYEICE DY, 74 /0 B UEJD (K2.4) . $65 T, AN—7 ZBELD F7 783
T F A= AELLD D RE,

T T AN— 7 AHGELE
iy ot 0
W

NS o NANAAA, LAY —HGELDE
U " '..-l W L-l W o

¢ qﬂ% A2 ABEL

(Di_(Dq

X 2.1 T~ EELoK

o = ay + a; cos w,t

% I @y ) (ZRD 3 W= o> RF[R] 28
- I B 4RY (F8 10 g ) 1 R0 i oS R 251

NS EHE = E; cos ot DIE NG

PUf-F— A NP = oF
TN ”
TRV 'ul | I'-.- -.-'I P I T R
E; cos w;t - 1

P = ayE; cos wjt + E%Ei cos(a)i - a)q)t

1
+ EalEi cos(a)i + a)q)t

2.2 T~ HGELOJEHR
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FEE) B OLRTTE q
k;=k;,+ k
/ N fi kS ki

Aspr BEDE S

2.3 ETERAL

o= imIA A=
! I
n,--xg-—---- e n,--gxg-—--7-----
ws‘
é +
w; J T DI (Uia W,
! —_—
S ——n_,=n +1 >
Wq TH I DI
Te n,=n Ne — n,=n
lq
i o
n,=n 1
/F Rayleigh line
+
w.  =w;+w
i n+1 s l q
n a)s = wi —_ a)q
I | |
a)S wl ws+
Storks line Anti-Storks line

24 T=UBELO BT ImAIAR
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212 FRUNHER

AHFFETIX2H DT~ 4 4 E (Renishaw: in Via Reflex, Photon Design: PDPX) Zf# L |
MBIV T T2, T35 AN MRIFE T ~ o iEE W TF 2 iy v a  Fegh
(Pb(Zr«, Ti1x)03) O 1EEEA | T FL7= Renishaw in Via Reflex ([X] 2.5) 1%, M2 i Et A #
LU CASH O ERZE 2 Hib, Renishaw in Via Reflex (X &g ey v 7 Ny ik
Fib | F72. CCD W ATNZEMAT CCD Zm Al T Dk IR ZE FH S AR E TR ICHIE TED,
[BFATE WK T~ o ih%E OB L HiSH (ZnO) D ER 3R K Ka Al | L N 5% LT~
Vo IEE W TET Z RN A(BaTiOs) DR SR K RN | TIET~ v AT ML O/
EARZE T D7 FEREERED K< B fERED  E W Photon Design NFR-800-NSD (]
2.6) Zfli L 7=, Photon Design: PDPX |35 BN 7 /& /7y tgsz AL, FEbREL
TR S E TR A7 7 I R TRIETE S,

2.7 (2T~ JEHEE Photon Design NFR-800-NSD DX A 7R, T~ 45 It dEwE
IFIRE T T BBHIAS T2 oA A S L —F— PR, BUBHI Ik e a A E
HOMEE., 7~ BELCE 7T D008, e UG 9% CCD ki i #R 4>
DEZ ORI TND, HIRITH K E THY, BERFE R THLHZENKROBILD,
AIEE TR RL — P — L L TR ENZERT AL —F—Thd ArIKriEE AV
—#— (BeamLok 2060, Spectra-Physics #) - H T\ 5, kgl EAS oL —H—
VXL hEE LR B UAMIIRTI 22 03 & AL TND, DN RSRAT L H @il 58T, 2
DIARIIBRESIND, /N R/RAT VB 20 LT e, HE I B W CBEMEE D
FRICGEASh TSN %, BBHI R SN D, B DBUELS V- BEELG I, 3 tds
NDOTL =T 4 ZITE0 g EnD, REBTIIL U7 Vo0t LIZRIES, N7 v
SR LT E N TATRE TH D, v A NdeTIE. BELDIT v F 742 —TK
50 cm* L F OB (0 emiLAY—0) AR 7L —T 47 TS LT CCD
T AT VI ENET D, N N3 Neds TIISED 7V —T 1 7 2l AL TR G2 B R
LI HT D, Sy TF TANE—HFERLIRNDTLAY— ISR (4 cm™) ORE L
ARECdH D, CCD T A7 72 THAMR L TR D58 E 251l 3%, Photon Design
NFR-800-NSD X KHUCH'L—F 17 CCD £ atif T R BERED 640 mm L E\ 7z
O, WA FERED O FbEE R 514.5 nm, 7' L—T 7 2400 AImm (23N T, AR
HEIFKY 0.24 cm? Th 5,
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25 Tl 4 yEdEE Renishaw: in Via Reflex

2.6 T~ 4tAEE Photon Design NFR-800-NSD
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CCD
detector Laser

(B 7 A—H)

(o 53
‘I;_X\ — >
ND~” 4 V&

|
|
(FVE) s A—4) | P B
|
|
|
|

74NV =

|
J T T 4K
z) N
\, ST
: E— A
IEPF'HEJZJ v ! ATV v 5
(hY 75 7[EEEF)I |
\T D
A% LA

X 2.7 T~ 43 EEE Photon Design NFR-800-NSD O#X]

2.2 X#REIHr (X-ray Diffraction : XRD)
2.2.1 JEFE

X BREFTEIL AV MTEDFATIZU 72 X BRAFEHI AR L, 3B 00 X #4581
BILCIREIPT St A 7= U A FENL & A SR & | s O A& RE T 2 51k ThH,

RENHD X MOBHTBRGRIL, 7Ty OB Sefhai e 35RO 72 /A EICIEF 1T
WEHEEND, K 2.8 @ISR T I, JA T2 EATICIE A CTO DR RORFEE d ().
AS ARG 0L T DL KA 2d sind DR D IEEE nAD & | BB 2R ) 5
DHELIE ONLFI DO BT ELR A LU CTRENRBOOIND, — HFZOFEMENDIN T T
IZBELE AV X BRI DRI 72\ DR T 5, 77> 7 OEIHT ST, X #Rok R %
LETDHE,

2dsinf8 =nd (n=1,23,-) (2.19)

TERDOIND,

X RO RADTE Fo TFUT, TR EIHT I3RS i DA% - [HFRE d THRD SALTZRFE D F 17 D
D, ¥R d BNEL/eDE, 777 ORFTSRMLD, B —2 7k 0 H3/INEL
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725, fEMOBAMEIIWE R THY, X MEREXI G ERME I AT SEDHZET, ZD
WE R AR BTG DD, BT OFEMZRRITIND . £ OME OFEMIEE TR 52
EMTED, X BEHTEIZB O THWSLIARERZ2JE B DWW TLLFITR T, JIEIC
BT LBMEIE X 2.8 ()T,
«260-AF ¥
AR KL X BMOAFAE (o) LT AEQRI-0)ZELIIRDLRNL (DFD
o= 0% RLRNBE) T 5, 20-0AF v TIHEFER TR e 7 Ok - [FE O
BERESDZENTE B O M TN E RO DN TED, AEHINERE O 1 I
L CODELAIE T, BEEDEIFTLOELIR, ZOT=O E N T MO RITHEL LM
HHR7R U,
LT AEhiA
20-0TED AT o 20 — wEkBEEL., o2 ZALSERBLREETTI,
TEZHF T /VIEIZEB W T B A OFEI A TED, L L3 b, INEM 2T 4
I (—HhEL ) OWE I, TNIT R ChH DO TRLM ORI A TE /e,
Wik T~ B 7 (XRD-RSM)
HIE S ANODOMEEA o ZR5|ILRNE 20-05ETHZET, B0 114
EAFHME FIETHD, fEGhORFRE, N O T-EH B, KA ARSI T 51
WAEIGDHZLENTED,

(a)
N [T X8R
. —.
¥ [EbR
d -
= e —e
\e7-
d sinf
(b) ) X-ray

2.8 () 77y 7 O X#EHTSAE, (b) X #REHTIZ IS DR @
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2.2.2 X BREIYTEE

XORRIEIPTHEE [ 1, HERS fh & TR 38V i X pert MRD (PANalytical 8, [X12.9 (a)) . ¥R
FEHZ I\ CTiE MiniFlex300 (Rigaku #4, [X] 2.9 (b)) Z2ff L 72, ENE D EEE D X RO
Fa3 22 1R 7,

2.9 X #REYTEEE (a) X pert MRD, (b) MiniFlex300

#£22 XMEPrEEETHEHINLTOD X RO E

& X O E (R) e
X’pert MRD Koi= 1.54056 Koo/ Ko=0.5
Kop=1.54439
MiniFlex300 Ko=1.54059
2.3 HESHT

2.3.1 ST RFFLEE (Analytical balance)
ZnO K U* BaTiOs B ik i OB &l B 1213047 KFF IUW-200D (1% 2.10 (a)) & AV e, 20
T RFFORE X, fie/NRRDY 0.01 my, B2 0.1 mg, BEYE(R 7275 0.02 mg ThHD,

2.3.2 BEESHTEEE (Thermal gravimetric and differential thermal analysis: TG-DTA)

ZnO }z O BaTiOs ¥y R OEVE &5 H71121< A BRUKER WS003 (IX] 2.10 (b)) O#\E EoRie
BUATEEE R Ve, ZOEE T ML e 3BERL., 2R, Bik7el - &2 b2 HE
TE WEOHROMNEEZ L S TR ATRE TH 5, HIE/EREIL 0.1 pg Th D,
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X210 FESHEE () SHTFFF IUW-200D, (b) A /4 A BRUKER WS003

2.4 %ﬁﬁ”%%ﬁﬁ?ﬂﬁﬁ@canning Electron Microscope : SEM)

A E BB TINEH L 7o AW E IR L T WEP DR AET D2RE 2L
TRBHR M DOTRZ W E T D, BT REDIERPATRE TH D,

EITEFHREBETDEFH, REHIE > TR T 2720 0 ER A, 30k L
ZEBTDDOOEEANN ENOROH LCEF O R, EEAESRHLZE
NG E R T DE 072D, BFRIE. R FEOMHAEIEARREN2D | BF-# O
TREE CRIRBELAE 2S00 BB E B O EFH bR AR ETIIEZZ RIZEN
Do WIEZIE, HYNNAT 7 /ay—X M SU6600 (X 2.11) 2 HL 7=,

2.11 EEMEFIHMEE SU6600
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2.5 BHBLEREERE (Rapid Thermal Annealing : RTA)

ZnO KUY BaTiOs (Z Mk 3R K ba % 8 N9~ 572 0035 Ju BVALER (T | ey ok A AL B 45
(MILA-5000, ULVAC 8¢ [%] 2.12) A FHL 72, FRPASRAT A& L 72736 990°C FTOEAL
HNFEETH D,

4212 @EdBULIRELE MILA-5000

33



BIE AELSBREAT OB T Z BT va R

(Pb(Zr, Ti1x)O3) DR 1E AT
J1FEE

Pb(Zrx, Titx) O3 X ELINEE RGNS 203, W ELINEE O F 5 M3 T IRE) (7 4/
) DFMEBTHL TND, L3> T THREIO T 1L Pb(Zry, Titx)Os 773 ADIGFIC
Lo CTHETHH[99-105], LU, R ThIERISIEIC L0 S PECRL [ 23250
AU EREFEN 2351, 106, 107],

T UGy IR IR B 2 BT 5 — oD FIETHY  WEORTRIE, 15/, BILOWLE
F L RpEE ORI WO TETZ, 7~ U HELIIME B A OF~ i (T
VYIANTERREL, T~ T, M ORET— B I O HEIZ > TRESND, £ D
7o T~ AT NV b O D A IZHBUR T 5[107-111],

53 IR FIRENC LD MR T2, A WEIZHRN T 2848 FIRENC LD/ iRDZE
TN R T DL MG DD, ZIE T U BELEEREA TV D, 7~ BGELE T #TR
Lo THOMMFHERIND G MR & A THIENnD, ITv U HELREIL, 7~ T
YNV ENGST BELDEDESG 7 MV (RIEDTT ) IZEV BT D, Zhud T~ o g iR Al LR
TS, TV BELDLERIT T 2248 C, 207~ BIRANZEE SV TR IR Eh O S #iRik
ZRFEL . ftbh D TR RS OV TOIFREGLZEN KD, AT, T~ AR
JTRE FIRB OIRBIEUCBIR T D END, T AT ML OB BCCRIE ., F 228 %
R T E ORIE Al AT RETH D, Fio, M THRENCE T2 IEW NSO TR
BN LOFHRSNDSBO T O REBLND,

ST, TV UBRANCE SV TR S ORI FRMIEEZ R EL . 7~ AT ML OB OYE
G $ 5720 TR TR AT MV ORI AHRAEPEIC LD | E O 55 A 7T 5
ZELAHETH D,

32 AELFRNT < 9Nk
T2 UL EE NE(2.13) TR L= T v @RI TR OIIND[112-117], AFETldei, ek
INICFCRART D,
I < |eReg|% (3.1)
T T RIE, FE OB ELIREIT — IR £D, e, e (TTNFRASE, B
FIEDOBH I MV (RIEDTT) THDH, ZOTENG, NS BELST 18 e ORI 7 712 X5
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S AHELIRIE DAL, FEFR D IR SV TORBBAEENS, Y., K
RS BAUT T~ A ML DI S B B LRSS,

R TR IE R R DT~ AT MV ERIE T BITIE . SRR E L Tl A E O Ol
I 1% H RN EES 270, (7 T [ L C At A B [ S 5 L B 080 B,
B O A OBLEND  JIE AR — ThHI LML EL, BB AR RS 7
PRSI A RITE T BT 21, BT —F— D A UL L L TR B S 52 & 28
DETHHN, /BRI 5, ZHUTEIL T, ERE RV TR %
S ERES D T, BEICL —F—% A ST, BRI AR OB
Fo T ——DESNMNENTINDLIENN, ZDT o N A RS A5
T BB — AT NE T D, O Lh, BUNMER O 3T R
S EES 5 00, FLENS, Fo, BREFMU-RIEICBO T, B EEELT
(R T2 N RS 5 A8 5 Tl B, D72 ARIZETIE, 3okka [ LTl
T % R B SE CRIE T 2  HEa L -,

3.3 JIEEEE K UNHIESRMF

3.1 (THIERLE P K O, HITE RO xyz JEEEZ RS, P(Zrx, Tis) Os i ELAR 1 LI E R D
Xy SN EAT . JE R D 2§l 77 18113 Ph(Zry, Tit) Oz TR IR Z TR ELIZ &5 72, Ph(Zry, Tit) O3
WO W 2 E LT=DC, Bl — P — 60 A R OHGELOWEAT AL y #h EAT, 1W
FDMET xz FENERD,

ArIKrL — =B I SIS | R G T x 85 m O R ER oy 2 B L 72 4%
M2 WA Z TR G ST A2 IR S 7, LSRR A JH W CTREE 7 [ O IR R Sy
IO LT, AFHCORICA L O 1E, X BhEARIC T R DA EE LTz, X Bl A T2 & 0= 00,
z ATl E O = 90°k L7z, JIEIXO = 0°~180°DHiPH CHIE L 7=, HLELEOMR I
(es)lZ. x Bl 7 7 [es = (100)] &% UF z il J5 17 [es = (001)] D 2FEFAEM E L 7=,

T MEX, ~A7aT~2 v A7 L(Renishaw in Via Reflex)Z YT, 50~900 cm™
A, # 5 EEELELE , SRR CTT o7, Bl K13 514.5 nm & v, o 7V RiEOL —H —5#
FEITKI 5 mW Th-o7o, L—— 1353 100 £%. BA 112 (numerical aperture: NA) = 0.90 ™
KL X N THE LT, o PR EOL —F— 2Ry METFHE £ 0.7 pm 1272
Do
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AL (R 7L
e=(cosd,0,sing) &=(100)  e=(001)

fi EAR
{ e
M23% Rtk
A
“Srsg
/v /
<
sy
PZT epitaxial film 7
X
/
3.1 T~ RmAHE DOBELEL E K O, HIE R D xyz JERE
3.4 FHEixR

Pb(Zry, Titx) Oz 1TFEEL - IR EEIZ LV B R A E DV ERFFEN (LT 5, IR TITHARIZED
ERRAHEES REID, Flo, EF - ZRESICBOTL OHERE L EEL > TV T
| BRI A AL (B ) [ <AK A7 T 5. ZOZEHEBRREFAEES SOBEROEL T +
FEE Y 7B FU(MPB) TR, 8 E A TR KU AR AL, §E TR RS D S VAU
Rtz RED, MPB LA ARG THD, LILIRDD, PO(Zry, Tit)Os 1L 1E 7 dil & 28 i 1A i
DREEDIEVDIET I/ NS 28 | MPB I D a2 O AR EEL < | HEEfFTICE -
TRBEER > TS, ZDT) | i F - BLANEERIZ, E9725 T ERHI T 22823 K DO 5
TS, MPB Z B3 21203, 3, [EdEEmIRR L BfR T D ENEELRD,

MPB D% & ORI ORI BN FHNDT=8 | FTo, A ESIRT~ o tiEE Vo iR &
OV [E] O FFARE S IE LW Z SRR 572012, {001} 6] J2 A1 AC 17 0D 1E 7 Al & 25 1 AR i
DT~ HELIRE O FERFME AT T, EBIT, T~ T U YD DT~ U EELTRE O
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8 FE AR MED BRI A 7R L CHIE ML Hle L7, 512, {001}EL [ O 1F J7 s & {110} 1f)
DZERAEIZIBNTIL, Z4Z41(100)/(001)EL [ (ale KAAL) | (11L)/(111D)ELARIA T~ HE
FLBRE O £ BEARAFIC - 2 DB E A LT,

BIEZHWZEREIEZ R 3.1 1SR, PO(Zry, Tiw)Os X HAE S OERIEEL T 3UBHT
MOCVD £ TERIL 7o "2 v VIR A V2, 2 E N ORE R, 3.5 ~3.10 B Tib~
Do SO KR FELXZHNT, AN ZETHERLIZERNE RN T L7
Pb(Zro.s05 Tio.a95) O3 LD il 5% DRI AAT o7,

# 3.1 WEIFEAL-oEH R LR

B ] iR LA ot 7
{001} IET7 Pb(Zro.4sTios2)Os SrRuO; // LiNbOs // CaF2(100) | 3.5 1
Pb(Zr0.2Tios)Os SrRuO; // SrTiOs 3.6 1H
ZHIAS | Pb(ZrosseTio)Os SrRuO3 // SrTiOs 3.7 1H
{111} =75 5 Pb(Zro39Tio61)Os SrRuOs // SITiOs 3.8 1H
ZEWARA | Pb(ZrozsTiozr)Os SrRuOs // LiNbOs // CaF(100) | 3.9 &
Pb(Zros6Tio.42)Os SrRuO; // SrTiOs 3.10 1

3.5 (001)ACIAIIE S & Pb(ZroasTios2)Os T Z %% LR D FAH
35.1 Bk}

SrRuOs // LiNbO3 // CaF2(100)%:4 EiZ MOCVD iECTERLE = Zr 3R 48 mol%d
Pb(Zro.4sTios2)Os =B Z 3 ¥ /LA FV -, R IE 570 nm T D,

XARET S — % K 3.2 18T, AL AE —27 LIS E, a7 ZAAMELSL O —2
TROONT, X T ABANEMZFFD Pb(Zr,Tii)0s THDHZEN D, 12,
Pb(Zry, Ti1x)Os (Q0N)D[EHfTE— 7 UMEER T, fbdh 7 A21E, (001) (c i) 7 Al e AT BL A
L TCWAIZENR DD, X BREIT /2 — o KORD K7 EEKIE, 0.41467 nm E72D | [RIUAHAR
DINNVINZBIT DT BB LTz, ZNEDZ D= &2 v VBT IR DO H 15
FERINTREML TWDHEWNR B LA E R D,
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PZT 001
CaF, 001
PZT 002

LNO 002

Log intensity (arb. unit)
SRO 002

Pl

20 0 50
20 (deg.)

3.2 Pb(Zro,43Tio,5z)03 ilf.o&%“/'\?/l/ﬂﬁ@ XRD /™" —>

352 IF=UoRHlE
FEIRIZIB VT, PO(ZnTiix)O0s 1 Zr 3 0 < x < 053 TIEHdEEDL, EH @D

Pb(Zry, Tit)Os 1Z, ZE[HHE PAmm(Ca)IZJE T 5D T[118, 119], FEaaDFHHLVRE D ELER
BT —RIE, fFRL QWD E—RLXBIT 5L 15 b D, TNHERENRBITERD T L,

I'=4A; + By + 5E (3.2)
ZDHh | T AR L2 H 55— R (Optical mode) Toptical & O8N, 7~ U NG THH 2
E—R (Acoustic mode) Tacoustic 13+

Topical = 3A1 + By + 4E,

Tacosic = A1 + E (3.3)
TRDOEIND[14, 25, 119], FEE—RTIL, OGO FIXRRHIEI, ZhUTHL ORFE
—RTIE, A T O 5 MICIRE 75 DT, BRI E 7V 7 U TR AR
T 5, 2N, HFE—ROARIOH K THD, BET+ /) NIT7~v U REETHY, T~ &
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PRI BDIINET 4/ Tvd, ZORME—R DA, HFT—FIIETTIVUEFNIC
2%, DFED, T AR —RIL,
3A; + By + 4E (3.4)

&70%, AB,E I Mulliken i 5 C, —RITBERIZIE AB, 2 RITTEEAIRBLUL E TRLTWD,
DFEY, EE—RIE 2 EHERL TWDH, A X THIOEFRIZK L CTRHRO%E . B IR
IZRIL TR DA HVWbiD, X 3.3 127~ AR IREIE — NI 7 555 N CO R 1
DIRENH— % m T, AT —R, BB —RIL z #ili(c fh) I/~ 7-IEEh, E =—RiZ xy ‘FiH
TORENTHD, 5E—RNIZITFIREN 5555 (Transverse Optical Mode: TO E—R) EfjEfR
#1424y (Longitudinal Optical Mode: LO &—R) 239, i@% LO E—RDJ5H TO &—FK
(N mOWIRBEI S 2 FF,

AL E—F B E—F.E £—RDT¥U TV /NR,, Ry, Rp 1TXEBE)THROIND[98,
120], EE—RDT< T IVDOIRZT X, Y ITGBOAELLHMEER L TUD,

e
Rg(x) = [ ] Rgy) = [ e |
e e

T UBGELREE 1L, (B TRDOIND, ZiLdh, R TTI~ L ATV ERIE T D&,
A1, Bi, EE—RETHBIISID, WICHIEEITHIET < RN LY AHSEOR ST W
EEELE DR ST AN A Ty (o) V] OBE, AL BEY BrB—RABLISH, E ©—RIZEHIS
72\, —J7 . AFHEORIETT 0 EBEELE O RIE DT M AT E [y (ez) y] OFHE, AL BETDY By
T—RIBHIESN T, EE—ROABHIEN,

3.4 14672 ULy (un, un)y, Porto notation], >t 18143 AT [y (xx) y] {75 16 73 T B
[y (x2) ¥ D544 Tl 57 2B E L72(001) B M D IE 5 &t Ph(Zro4sTios2)Os DT~ A
MVERT, fmO ¢ BT A RIE R D 7 JEEL AT E LTz, RIGRIE 23513 HHIE R D xyz
JERE LA R OB Z X 3.5 (@I, WYL LULy(un, un)y]OHIEIZIB T, AR 7
Pb(Zry, Ti1) 03 IEJ7 f DT~ 2 A7 L[18, 109, 118, 121, 122]173 I ESH L, /A a7 f%
DAY NUTFERS NN D 2O ZF /LB AN TN EWN 2 D, A, B, E
E—RIZZNZE I A(1TO):140 cm?, Ai(2TO):340 cm?, A4(3TO):615 cm?, B1:280 cm?,
E(1T0):50 cm?, E(2TO):200 cm®, E(3T0):559 cm™ ([ZHEiRE D, 17 54T [y (xx) V]
DO AL BE By E—RBEIESHL, E B—RIEBLAISNAR, —J5 @5 10 23T E

a
RA1 = a ]
b

(3.5)
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[y(x2)y1DREL, Ay LY By B—RIFBHISN T E T—RFOABIISIL, T~ @8R HlIC
PED AT ML MBLAI ST [105], Zaui, JIE AU 31T 2 Bifs b LR 7 1500 TARS
HHL—D cRALRIED T~ L RPHHANAED, ZHLED, ZOZEXF v UL c KA
FERIBL M CTHAHZEDRIEIID, 1> T, (001)ALMDIE il Ph(Zry, Tit)O0s D EARR 7RI
T~ ATV, ZOZE X)L Ph(Zry, Tit) O3 82 W CTHIE T HZEN TEDHEWN
25

NEEDIR ST % [AESEC ., T~ AT ML OARSE A FER AR % 3037, [EldE £ 1T
10°Z A TRIE LTz, B 3.5 (b)IZHE R &b s fiio BfRA2 <4, [ 3.6 (2, (001) 1 )7 &
Pb(Zro.4sTios2)Os DA DRI I7 1% A S To T~ AT ML 2RT, K 3.6 (a)ld. K
LY DR G5 H1 23 x Bl 7 18] (6=(100))., [X] 3.6 (b)IL, HELYED R S5 17143 2 i )7 1) (e,=(001))
THDH, NI DR TT O ZALSEDEART MV OBENEALT DN 1D, K7+
VE—RDOARIMUBREZ RO DT80 | BIRDAI IV THIREEL T, £ 74/ F—R
DAV GFBELT, K371, ANORIEAE O 1275, A(LTO)LEQRTO) DT~
BRELBREE DA 5, BRELYEDRIE ST 103 x il )5 [0 OBE DO F~ L BELIRE A2 3.7 (a),
(O)Z, BELIEDRIETT 1123 2 B 7 [ DR DT~ AR ELIREZ X 3.7 (C), (AT, Ay(1TO)
T—ROT2 U HELREEIL, BELYE ORI T A3 X il 7 M Dg, @ = 0°THRKAE, 6 = 90°C
M MEA Y (X3.7 (@), RLEBRE72D, BELEOMRIEH WA 28 )7 M ORE, 0= 0°CTHi/
fill, @ = 90 THEREA TV (X 3.7 (c)). ErkihfrE72D, EQRTO)yE—RDT~ HELTRE I,
BRELC O IEIT 023 x sl 5 18 ORE, 0= 0°CH/IMIE, 0= 90° TR AMEZ T (X 3.7 (b)), IE
KIS 72D, HELE ORI IT AS z 7 [ DIE, @ = 0°THEAME, 6 = 90° Tl MEA LY
(X1 3.7 (d)), %L D,
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B, mode E(1TO) E(2TO)

mode mode
O Pb
o Zr, Ti
O
E@TO) E(4TO)
mode mode

3.3 Pb(Zr,Ti)Os IE 5 i DIEEYE— R [123]
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y(un,un)y

y(xx)y

Intensity (arb. unit)

| | _ y02)7
200 400 600 800
Raman shift (cm™)

3.4 (001)Alm 1EJ7 &t Pb(ZrossTios2)Os DWTiHI /7 ] DT~ L AT ML
fwYE72 ULy (un, un)y]. RYEECE ATy (ex) y]. i iE E E [y (x2) V]

[001] "
- AT
S AN

[y(xx)y] [y(xz)y]

[001] A
X Q(\/ ¢‘$\'©
/ - >

t,
) v

e=(cos® 0 sing) e=(100) e=(001)

3.5 fWCHIEITI T DIE TR D xyz FHERE LG fhih b O S - HGELY G O BIAR
(a) fRIET~RIE, (b) MRS HRLT~HE
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= (100)

—~~
N
D

»

E(2TO)

<— E+B,
<— A(2TO)

A

< E(1LO)
<A,(1TO)
E(3TO)

Rotation
angle
180 °
170 °
160 °

150 °
140 °
130 °
120 °

110 °
100 °
90 °
80 °
70 °
60 °
50 °
40 °
30 °
20 °
10 °
0 o

<-A,(3TO)

<
<

Intensity (relative)

200 400 600 800
Raman shift (cm™)

Intensity (relative)

(b) es=(001)
o5 o
<

Ay
<E

< E(@3TO)
<— A(3TO)

Rotation
angle

180 °
170 °
160 °
150 °
140 °
130 °
120 °
110 °
100 °
90 °
80 °
70 °
60 °

50 °
40 °
30°

20 °

10 °

0°

200 400 600 800
Raman shift (cm™)

3.6 (001)1E 5l Pb(ZrosTios:)Os D AF ORI T a2 S 72T~ AT R L
(a) HLELYE es=(100). (b) HLEHLYE es=(001)

353 I~ BELREDOHEME

(001) AL IE J7 ft S BT BT~ o BELIR E DB E A 5 LTz, ASDE K OBELDE DR G
J71H] e, e 1 xyz FERE G, (3.6)~(3.8) CHbIND, 0 1%, 3.1, 3.5 TRLT- x iz Kkl
L7 ASHEDRIE T R OIEE 4 T D, 41 x il EATOREG = 0°, x Bl T E (z 41l

SEAT) DEFG= 90T 5,

e; = [cos@® O
HUELYE DR Y T7 103 X #ilJ5 [R D IRF
"
es = |0].
[0
BCELSE DR YT 123 z 8l 7 7] D IRE
.
es = (0]
1

sin@].

(3.6)

(3.7)

(3.8)

AED)BLOA(35)~@B.8) LY, AL E—FK D E E—FDOT~ HELTRE D HGRIE 1, ,
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I 13FhEnat(3.9)~(3.14) THEDbINA,
es 2% X 217 (es=(100) )DHF
2

2
1121(9) x |ei Ry, es| = = |lacos8|?. (3.9

1
(cosd 0 sinQ)RAl(O)
0

2

1
2
I,E(x)(e)oclei Re(x €S| = |(cos® 0 sinB)Rg(x <0) = lesin6|?. (3.10)
0
2
It ) ()  |e; Rigy) e5|” = 0. (3.11)
es 2N z Bl 24T (es=(001)) D
0 2
2
I3 (0) « |e; Ry, 5| = |(cos® 0 sin@)RA1<0> = |bsin8|?. (3.12)
1
0 2
2
IEL(x)(9)°C|eiRE(x) es| = [(cosf 0 sin)Rg(x <0) = |le cos 0|?. (3.13)
1
L 2
I5)(6)  |e; Rggyy 5| = 0. (3.14)

T U BCELTRE OBERR L, BELYEDRYET ML e 3 x I AT ( e=(100) )DFRF, A5t
HDOMEHAE 0 1235t T ALE—RIIREIARO2F | EE—RNILIEKBRO2F L7105, Bl
KDV e 5 2 BT AT (=(001) )DF, ASSSEDRIEA L O 1L TALE—RIE
IERHIRRD 25, E B —RIIREHMARO2F L7222, [X 3.7 (24(3.9), (3.10), (3.12), (3.13)1°5
HALZFREOREZBERTRRTD, T T /0% a, b, el a:b=1:0.7, efF:
B, PIERE BT, K(3.9), (3.10), (3.12), (BA)MNOEIE LML — L TWHIEN

SIB,
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e,=(100) e,.=(001)

(a) A,(1TO) = () A(1TO)

26000 - 23000+ Eq. (3.12

S g J/

& 4000 82000

= 2z

'S &

% 2000 | ElOOO

- [ ]
0 : : 0 : : -
0 50 100 150 0 50 100 150

0 (rotation angle) 6 (rotation angle)

=600 (b) E(2TO) Ea. (310 -‘Eeooo- (d) E(2TO)

S q-(310) 5 Eq. (3.13)

S s

& 4000 84000

> 2

§ 2000 $2000}

E = "N
0 : : : 0 : :
0 50 100 150 0 50 100 150

o (rotation angle) o (rotation angle)

3.7 AFNORNAEIZKTH(001)E S Pb(ZrossTios2)Os @ A(1TO)E E(2TO)D
T2 UBELTREE . (2) Ay(LTO)E—NR, BUELYEIR Yt e=(100). (b) E(2TO)E—NR, BELE
fot: e=(100). (c) Ai(1TO)E—N HELIEAR G e=(001), (d) E(2TO)E—F, BELILAR
Jt es=(001), FERRIT (3.9), (3.10), (3.12), (3.13) LK b - LA fiE

3.6 (001)/(100)ECFIIE S & Pb(Zro2Tios)Os TE 2% v /L ED LA
36.1 s

SrRuO; /I SITiO; J& K 12 MOCVD EICEVERI S 7=, Zr e 20 mol% D
Pb(Zro20Tios0)Os =L 2L v /LA V=, BRI 1500 nm Tho,

Zr HE 20 mol%d> Pb(Zro.20Tioso)Os DR Tl Ph(Zry, Tiix)Os P (h00) & FK SITiO; ™
(h00)D XRD D 20-@PDY —7 N 5728 X FRIEHT OWikE F-~ e’ 7 (RSM)EJIE L 7=
(X 3.8), Witk -~ 7 L0(001)/(L00)ALH CTHHI LR TET-, Fiz, (400)ifiL(004)
EZNEIA STO FEARD(004) S5 [H173H2 DD —Z 1T NIV TSI LN #ili )N et T
FIRANAENTNDDD3703D, X FREIHTLORD7-#T-E %KX a = 0.3950 nm, ¢ = 0.4151
nm, c/a = 1.050 Tk 2D, X FREHT L RO 7ok FEE DI LRI CHLR DS A 21281 D fEE—
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HLTRY., ZOTEHF T ¥/ VRTINS ORI R A A3 7RI TRV, Bk sh & [ 5%
LRREDEZZDND,

(004) (204)
SrTiO3 004 o % SrTiO,; 204
PZT 400
10.2F e
1004 .Powdz:]rne % .‘"
SrRuO‘3 400

w0
oo

. PZT 204

B

PZT 004

Powder line : !

a, // [001](100)SrTiO, (nm™)

©o
o

-04 -02 00 02 04 4446 485052545658
ay // [001](100)SrTiO, (nm™)

3.8 Pb(Zro2Tios)Os “E XX ¥ /LD WL -~

362 FvUaRHAIE

Ye7e ULy (un, un)y]. AS Y EBELE O Y5 M 23 AT [y (xx) y]. ASHEEBELYE O
St 5 1A A T B [y(x2)y ] D &4 T Wi 7 s 5 I E L 72 (001)/(100) Bl [ @ 1E 5 i
Pb(Zro2Tiog)0s DT~ AT MV ZERT (X 3.9), R [y(un, un)y]OHEIE IRV T,
72 Ph(Zry, Tits) O3 IE ST i DT~ L AT ML E STz, [ U IEJ5 Bl 0 Ph(Zro s Tios2) Os
S UTHLER Y POTIOs (ST W ZED D B E—RDARTMLREHRLT | NI BES
AL CUND, Pb(ZroasTios:)O0s ERIERIZ, BAADHEGRSILTUNVRNZED D, ZOTE XXy /LR
IZEMANES FERMER R WEWZ S, Al Bl E E—FiZFNEH A(1TO): 143 cm?,
A:i(2TO): 352 cm, Ai(3TO): 634 cm?, By 283 cm, E(1TO): 70 cm?, E(2TO): 204 cm’,
E(3TO): 508 cm™ |[ZHERRSID, TGy (xx)Y]. [y(x2)y &bl T~ IR AN > TAA
TRV BESIVTOND DR 03D,

NEE DR T A SRS T, T~ AT ML ORI F8 FER T A 3~ 7=, [AlEE A 1%
20° % A CHIE L7z, X 3.10 {2, (001)/(100)1EJ5 5 Pb(Zro2Tios)Os D AH DA 7 1) %28
fb&H 72T~ AT MVERT, K 3.10 ()%, BELYEOMRIEIT L x #7771 (es=(100)).
3.10 (b)iZ. BXELYEDIRIEST EIAY 2 )7 F1(es=(001)) Tér D, AFHEDRIE T MEZE LSS
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EARTWVORRENEACT DZEN D, KT 4 ) —RDARTNUVREE RO DI
BEROARI VR HBEG L T, &7+ /B —ROAXT VA S EEL T, Bk 654 X
3.10 ()=,

31142 AEEDRIEAE O 12k 5, A(1TO)E EQRTO)D T~ HtELIRE D 2 F R
T2, BELEOIRIETT S x il 5 [ O 0T~ ELRE A 3.11 (a), (b)IC. BELEDR
SIS 2 BT OB OT~ AR E A X 3.11 (¢), (dIZRT AlITO)E—R DT~k
ELOREE 1T, BUELE DRI TT A X BT A1 ORE, 6 = 0°CHRAAR, 6 = 90° CHvMEZHY (X
3.11 (a)). ABLHHRE 2D, BELYEO I IT M8 2 Bl7 I ORE, 0= 0°CHvIME, 6= 90° Tl
KEZEEY(X 3.11 (c)). EsLiifRE725, EQTO)E—RDT~ HELIREE 1T, BELE ORI
JFAAS x #ih 5 Ol 0= 0°TRVIME, 6= 90°THRRAMEAEY (X 3.11 (b)), IEsXHfRE2D,
BELYE ORI RS 2 7 [ ORE, 6= 0°CTHR KB, 6= 90° TR IMEAEW (X 3.11 (d). 43
R E72 %, 3.5 THO(001) HLEC A1 O IE J7 i Pb(ZrosTios2)Os E[RIERDFE RN 2 BT,
Pb(Zro.sTios2)Os EIAAEIZF(3.9), (3.10), (3.12), (A DHRtHL-HiR{EA B THRRT
%

=
-
>
o
S
4%)
N’ —
> y(un,un)y
=
& y(xx)y
(<b)
)
=
y(x2)y

200 400 600 800
Raman shift (cm™)

3.9 (001)/(100)EE IV IE F5 i Pb(Zro2Tios)Os DM 7 (61 DT~ 2 A~ 1L
fwIE72 ULy (un, un)y]. RYEECE 1Ty (ex)y]. fRCECEE E [y (x2) V]
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(a) e=(100) (b) e=(001)

9 o ~ S
o325 95 8 § IS
RN RS o g : Voo
h Rotat ) . 5 o~
GYEVL T “angle clss 2 ¢
Nﬂuvawgl/AW\\ga . ) vse T o2
- 180 —~ << i < Rotation
[<5) o (| v J ¢ angle
= M 160° .2 180 °
4+ +—
= .
S M . = M 160°
- 1200 > 140 °
= l-l:' /W\\ o
5 k/Aﬂk%/m\ﬁw~‘~}%° 8/“&Nﬂﬂ¥u//ﬂﬂ\\wmo
< D 100 °
E 80 ° E M\M\\\
= = 80 °
M " WW*’J\ 60 °
M 20 o L/\JW'— 20 )
1 I 1 1 0 ° 1 1 O °
200 400 600 800 200 400 600 800
H -1 . R
Raman shift (cm”) Raman shift (cm™)
~E (c)
O (W o
> &
I
o |
N—r
2
'S
[
ol ~
= 5
<

200 400 600 800
Raman shift (cm™)

3.10 (001)/(100)fEL 7] 1E J5 s Pb(Zro.2Tios)Os D AN YD 7 A ZEA LS W7o T~ 2 A
7tV :(a) HELYE e=(100). (b) HLELYE es=(001), (c) M AL CTorBEL 7= &R HE)
E—RDART L
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e,=(100) e,=(001)

- (a) A(1TO) = |[(c) A,(1TO)
= S Eqg. (3.12
2 10000} /Eq. (3.9) _c-:loooo - 9 ( )
© ~
> z
‘s 5000t 2 5000
- i |
0 . L 0 L L L
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)
= (b) E(2TO) Eqg. (3.10) = (d) E(2TO)
'S i<
> >
S 20000 S 20000 § Eqg. (3.13)
& o
= 2
'3 10000 - 'S 10000
2 kS
= =
0I ' 0 :
0 50 100 150 0 50 100 150
o (rotation angle) o0 (rotation angle)

311 AHHEOAR A EE Tk (001)/(100)AC A IE S5 Pb(Zro2Tiog)0s @ Ai(1TO)E
EQRTO)DT~ HELIREE : (a) Ai(1TO)E—NR, HELLAR L e=(100). (b) E(2TO)E
— R BGELYCAR G 5=(100). (€) Ay(1TO)E—NR, HtELYEIR E es=(001). (d) E(2TO)E
— R, BELEIR G e=(001), FEAHE(3.9), (3.10), (3.12), (3.13) L0 sRb 7= Pk E

3.6.3 (L00)EEmRIDEEDELE

XRD HEDFKEFLD . ZDMEIE(001) LA 7] TlE72 < (001)/(100) Bl [ T D, DT,
(L00)EL [ 23T~ L AT MUIC I E T B AE B IET A0 EN DD, 2T, (001)ALrA (¢ KA
) L(L00)EL A (& KAL) DIRFE D A2 BB LTI~ BELRE A FHE LT, #dho ¢ s
X, Y, 2 BiEFATIRR AL L ORFE S 3% T HL Viooa, Vioos, Voor &35 (1X] 3.12) , ZOREDHEL
LR L2 LL FORITR T, 22T, liooa, lioow, oot ITZAVEIURERR D ¢ #1123 X, y, z & FAT72
& @ A(TO)E—NR, E(TO)E—RDF < HELTRE LT 5,
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1121 (0) = Voo1 X loo1 *+ Vicoa X T100a + Vioon X T100p

2
o Vo1 X |acosd|” + Vigoa X |bcosB|? + Vigop X 0

= (V001 X az + VlOOa X bZ)C0529

Ig(x)(g) = Voo1 X loo1 + Viooa X 100a + Vioon X I100n
o Vo1 X |e sin9|2 + Vigog X lesin8|? + Vigop X 0
= (Voo1 + V1i0oa)e?sin®@
BCELYE DR Y70 es 23 z il 21T (es=(001)) DIRE
I.At (8) = Vo1 X Ipo1 + Viooa X looa + Vioon X l1o0b
o Vo1 X |b sinl9|2 + Viooa X lasin@|? + Vigop X 0

= (VOOI X bz + VlOOa X az)sin29

Ié(x)(e) = Voo1 X loo1r + Viooa X liooa + Vioon X Lioon
2
o Vo1 X |e cos8|” + Vigoa X l€ cos 8% + Vigop X 0

= (Voo1 + Vioog)e?cos?6

(3.15)

(3.16)

(3.17)

(3.18)

ZILEY alc RAAL L DARFEST 3 Viooa, Vioow, Voor IZBAHT, T~ L BELIREE DR A BEK
. AFYEORIE T H 0 ZRL T, RS ERZHIRR . LR O AT . A DR

51 @= 0°, 90° THRRKAE, AR/ IMEZ HDZ D337 5,
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X «;4/& é
%\‘&"b'
y 7 VAR AN AS
S
e=(cos® 0 sing) e=(100) e=(001)
c-domain a-domain
T
cC— c/
ﬁ:féféj\%?‘ VOOl VlOOa VlOOb
Voor + Vigoa + Vieon = 1
A, mode  TO mode TO mode LO mode

E mode TO+LO mode TO+LO mode

3.12 alc FAL OfdE Kk U7~ AR T —F
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3.7 {001 }YAC M ZETH A5 Pb(Zroses Tio.402)Os TE X3 % /LR D FLAT
371 #s

SrRuOs // SITiOs M EiZ MOCVD EICEERIEL=, Zr L= 0598 mol% D
Pb(Zroses Tio.402) O3 =E 42 VI Z FHV =, IR 1 2000 nm Tdbr D, X BRIEIHT Dk -~
B 7 OREREK 3.13 1R T, X AREHTLV{001M M THDHI LD R TS,

(004) (204)
H/\104 ! T T T T T T 4\1 . T
£ - = SrT|O3 204 gl
%10.2 %10.2
Qo o
2100 =10.0
) | [7p]
=) =)
g 9.8 g
= =
S.9.6 S
= = .
594 1 1 1 1 1 594 1 1 1 1
-04 02 0 02 04 44 46 48 50 52 54

(1/d)//[100](100)SFTiO 5 (nm™Y) (1/d)//[100](100)SFTiO 5 (nmY)

[%] 3.13 Pb(Zroses Tio.02)O3 - Z T NRD WG~ T

3.7.2 F=UARHIE
EIRIZIBN T, Ph(ZnyTir)0s 1 0.53 < X TEMEAMEA LD, 0.53 < X< 0.94 THRFHEME,

0.94 < x T IRFHEEMEFFD, TRk EMEEZ R 0.53 < x< 0.94 (28 T, 0.53 < x< 0.63 D
B ClE R3m, 0.63 < x < 0.94 OFLTIE R3c DZEMBLICIE T D, NS ZE RIS D
Pb(Zroses Tio.402)Os 1, ZE[E1HE R3mM IZJ& 9-5[124], AEam DR LY R3m IZd51T 2 122 [H]
DT RIZIBIT DI T IRENE—R I

= 4A; + 5E + A, (3.19)
I — R Topt M OVF T — R Tacoustic 1 ZZ AL,

Tt = 3A1 + 4E + Ay,

Tacousic = A1 + E (3.20)
TERDOEND, HFET—RTonDH T AL EE—RIEZT~UEE, AT—RIET~ o RiEMHERD
T, I~ AL DIREIE— NI

3A; + 4E (3.21)
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£725[25, 121, 125], A1 E—FR, EE—FDT~r 7/ 3(3.22) TR DOINDH[98],

—c —d

c

1 RE(—x) = [_C
d

a

b —d

w672 ULy (un, un)y]. AFHGEEHCELC ORI T 7 23T [y (ex) ]« A EBELD DR

S5 A T E [y(xz)y ] O &4 T Wi 7 s & 31 E L 72 {0013} Bl M) 0 2 R &

Pb(ZrosesTio02)03 DT~ AR MVERT (X 3.14), f®IE7e ULy (un, un)y]ORNEIZIUNT,

)72 Pb(Zry, Titx) Os Z KA DT~ L AT MV E S 72 [124, 25, 121], A, EE—R

ITZENZE I A(LTO):140 cm?, A (2T0):320 cm?, Ay (3T0):570 cm?, E(2T0):204 cm?,

E(3T0):270 cm™ [ZHEFREND, RIERIEy(xx)y]. [y(x2)y] % ED L A(TO)E—RIiHfR AL

[y (xx) V]ORN S35, E(TO)E — NI SEELE [y (xx) V] &2 Oy (x2) y] D i 7 CHELH|
S, T U BIRANCI > TART WU RS BES LTS,

ANF DRI TT % FHESEC, T~ AT ML OIRSE A FEARTF T2 0~ T, [ElE A 1T
20°% A CRIE LT, X 3.15 12, {001} A D ZE A A Pb(Zroses Tio.402)03s D AN DA T
maZbsE T~ ATV ERT, K 3.15 (a)id, BELYEDO M IE T A x il 5 1)
(es=(100)). [¥13.15 (b)iZ. BELCORIETT 712N 7 #7171 (es=(001)) T %, AHS DA TT 1]
IS EDEART IV DBEPEANT D, 574/ F—RDARIT VR EZ RO D20
BERDODARI IV EIFEG LT, & 74 /B —ROART MV E LT,

31612 AFEDORIEAE O 1235, A(LTO)E EQRQTO) DT~ L ELIREE DA K~
T %, BELIEDORIETT DS x #l 7 [0 DRFO T~ ARELTRE A X 3.16 (a), (D)1, FELYEDR
FEF DS 7 7 [ ORF DT~ L BELFRE 2 [X] 3.16(c), ()IZR~T . A(LTO)E—RDTF~ 1
ELIREE L, HGELE ORI A x dil 7 M Dg, 6 = 00 THCRAE, 6 = 90° TR/ MEZTRY (IX]
3.16 (a)). AELHIFRE/ 2D, BEELE ORI AN 2 i )7 [ ORE, 0= 00T IME, 6 = 90° CTHik
RAEZ (X 3.16(c)). EsLB#RE72D, EQRTO)E—R DT~ Sl 1%, HELE DR
J7 RS X Hil 5 0] Je OV z fil 5 R ORg, 0= 0° CTHRKAE, 6= 90° T/ M H Y (X 3.16 (b), (d)).
SghiRE 725, 3.5 TH K TN 3.6 T T L7={001 AL E] OO 1E J5 i P(Zry, Tin) Os FLlE LT, BLEL
SO TT DS X Wl T A1 DA EQRTO)E —R D AH ORI E 0 1%k L T A S s
LT,
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<—A,(2TO)
<— A,(3TO)
<— A,(3LO)

y(un,un)y

L e y(2)y
20 400 600 800
Raman shift (cm™)

Intensity (arb. unit)

3.14 {001} M D ZE I A il PB(ZrosesTio.a02)Os DT~ 2 AT ML
fwYE72 ULy (un, un)y]. RYCECE ATy (xx) V] TR EECIE T E [y (x2) V]
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(@) e=(100) (b) e=(001)

\W’?OO
60 ° 60 °
50 ° 50 °
40° 40 °
30° M:&o"
20 ° M?O°
10° MIOO
0° 0°

200 400 600 800 200 400 600 800
Raman shift (cm™) Raman shift (cm™)

<) o 88 80 o o~~~ ~
< < Rotation FoT 9 g I3 e Rotation
Vo ¢¢ ¢¢ J angle vyl l ! l‘ angle
] S WW
g Mrﬂ)o Q\Wrﬂ)z
.; MIGOO .E \k\/\\ﬂ—/‘hllggo
< 150° S MMOO
) 0° 5 o’
b Mlz}o b 1200
120 ° .
? WHOO b 110°
8 WIOOO .g 100
902 90 °
S 80 L 2.
E M o° =

3.15 {O01}Ad[A] ZE (A8 Ah Pb(ZrosesTioa02)Os DAK FDORIEF A bSw 7
T ATV (a) HUELYE e=(100), (b) HELYE es=(001)

373 T~ UHELIRE DA

R C{OOL YL ] "Ch 1E 7 fils PO(Zry, Ti1x) O3 EZE A S, Pb(Zry, Titx) O3 TIE T~ HUELIRE D
A EARTF R 7222 W JEN DR CXT-, 2T, ZlKMICB W THIE e
[FIERIC, 7~ ELIR B OB R E A G 1R L 72, AL R OELYE DR IETT 1 €, es 133K(3.6),
(3.7), B88)THbND, X(3.1), 3.22)LV, AAET—F LD E E—RDT~ BLELIRE DO
i Iy, Ip 13E021K(3.23), (3.26), (3.27), (3.30) TEbEN D,

es A% X Bl T( es=(100) ) D HF
2
11!1'1(9) o« |ei R4, es|2 = |acos 8|?. (3.23)

1
(cosd 0 sinH)RAl(O)
0

2
= |-dsin8|?. (3.24)

2
Ig-(_x)(e) OC |el RE(—X) es|

1
(cos® 0 sinB)Rgy) (O)
0
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2

1
2
Ig(y)(e)oc|ei Rg(y) es| =|(cos6 0 sinf)Rg, (0) = |ccos 6|2 (3.25)
0
13(0) = If_(0) + I}, (0) x |—dsinB|?* + |ccos 2. (3.26)
es 2% z B2 1T (es=(001)) DEE,
0 2
2
I3,(0) « |e; Ry, es| = |(cos® 0 sinB)Ry <0> = |bsin 6. (3.27)
1

2

2
Ig-x)(0)  |e; Rg_xy e5| = = |-dcos8|®>. (3.28)

0
(cosf 0 sinf)Rg(x <0)
1

2
2
I (0)  |e; Ry €] = 0. (3.29)

0
(cos® 0 sin@)REy<0)
1

I5(0) = Ig(_x)(0) + I5(,,,(0) x |[~d cos 6> + 0. (3.30)

T~ HOELIREE ORI BEELYE DRI Z L e 53 X BT AT ( 5=(100) )DIRg, AGF
DRI E O (2R T ALE—RIIATZIBRD 2 7 (F(3.23)) . EE—RIZIEZ##HRD 2 5
ERTLHRRD 2 DTN (K (3.26)) L7025, BELORIE~Z ML es A3 7 812 FAT( e=(001) ) D
IRE, AGFHEORA AR O (T3 LT AL E—RIIRaLEAR D 2 3 (X(3.27)) | E B —RiIR5%eh
oo 2 7 (3(3.30)) L7205, [X3.16 123K(3.23), (3.26), (3.27), (3.30)) DAt 5 L 7= #E aa i o> i
RENTETRTD, v T/ VO e, b, c,dix.a:b=1:1,¢:d=1:05 LL7=, &
it i, #(3.23), (3.26), (3.27), (3.30) LAt R L-HEREE — B L TWDHZEN 0D,
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e,.=(100) e,.=(001)

- @ f\l(lTO) co (323 = | ©) A(TO) g Eq. (3.27)
Si0tlgm a. (3. )\ 5 1.0¢

o o n /

5 ]

> " >

=05t =05

5 5

= =

0.0 : : 0.0k - : :
0 50 100 150 0 50 100 150
0 (rotation angle) @ (rotation angle)

= |(b) E(2TO) Eq. (3.26)\ = |(d) E(2TO)

Siop- "™ . S 10t

= m £

© ©
.§0,5 I %0.5 - Eq. (3.30)

S S
= iy £ in e ag"am -y
0.0 : : : 0.0 ning :
0 50 100 150 0 50 100 150
o0 (rotation angle) o (rotation angle)

3.16 (001)Fc ) D Z2 [ A it Pb(Zro.s0sTio.a02)O3 D A DR £ FE %95, Ay(1TO) &
EQRTO)D T~ BELIRE O REM : (2) A(1TO)E—F,BELEAR G e=(100). (b)
E(2TO)E—R, BELEAR G e=(100). (c) Ai(1TO)E —R, HeEL IR es=(001). (d)
E(2TO)E—R, BELIL IRt e=(001), FE##1T=(3.23), (3.26), (3.27), (3.30) L=k 7=
PH G fiE

3.8 {111MR[AIEFH & Pb(ZrossTios)Os TEZ -3 % /U D FEAT
381 #pt

SrRUOs // Pt /] CaFo(111)FE:AR FIZ/ERLE 72, Zr L8 39 mol% D Pb(ZroseTios)Os =4
F o VI P, BEIRIE 1300 nm Tdhd, X BRIEIHT O 1ikE 7 AT MLV A X 317 IR T,

{111} R THHZEN G313 %, XRD D oLV sRDTZ | PO(Zro.s0, Tioe1)Os TEZ 3T ¥ /LR D
k¥ E¥E a=0.4025 nm, ¢ = 0.4139 nm Th-7-,
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9.0
5m11.8 !
0 8.8

H

=

~
©
»

©
~

oo
()

(L/d)/[111](111)SFTiO 5 (nm™Y

(YdyMLL(11D)S

36 38 40 42 44 04 02 0 02 04
(U/d)/[112](111)SrTiO 5 (nm™) (1/d)/[1I2](111)SITIiO 5 (nm™)

(114)

=
o

©
o
T

o
oo
T r

o
(o]
T r

©
~

oo
N
T r
1

(L/d)/[111](111)SFTiO 5 (hm™)

56 58 60 62 64
(U/d)/[I12](111)SITiO 5 (nm?)

3.17 Pb(ZI’o39Tio,61)O3 it"&%“/}v/l/ﬂﬁd)i@j%%v\yt‘“/ﬁ

382 TI~UoRHlE

NSO TT % RS T, T~ AT WLV OR 6 R IEE TR~ X 3.18 |
il i 0 TE B AR 3, RSSO [LLL]Eh T M 2, JIESR D z Bl TERD, 3.5.2 THOZ
(3.4) T/RLT=EDIT, IEJT A Ph(Zry, Titx)0s DT~ LA MEE—R X 3A; + By + 4E L7325, [X3.19
(2, {111} 0E 55 i Pb(ZroseTiosr)Os D AF DRI H M Z LS HIeT v U AT MV E R T,
3.19 (a)i. BELYEORIE T2 x il 757 1) (e=(100)). [ 3.19 (b)iZ., B ELYEOIR SEI7 114
z Hh77 11 (es=(001)) TD, AN IT A Z LI, FREE—R ORI LR E
WEALT B,
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FARENE— R DA MUGREZ RO DT | BARD AT MV A ihfE A LT, S IREE
—RDART IV BELTZ, [ 3.20 1T, ASHEOREAEEO (23645, A(1TO)E ERQTO)D
T~ O BELIREE DEA R R T D, BELDEORIE T MDA x fhi7 MoK D Z~ o HELREE % [X]
3.20 (a), (D)L BLELYEORIE ST 7S 2 #7101 DR O T~ U HELIRE 2K 3.20 (c), (d)Rd,
SR BREIL, ERREBRE 72D N, WRAE LR/ IMEAN 0 = 0°, 90°7 D, ZALZE L 15°FRE
ALTND, ZAUE, BEM25(1L) ST, D E0HIE TR O z il 5 [ & L O[111] 7 R 34T THY,
fEd o a file ¢ fANHIERD xyz B DTN TNHIEICH KT,

€ e,=(100) e =(001)

3.18  JIE R LGB HR

(a) €=(100) (b) e=(001)
FwidZ w2 : ) T < Rotation
\M/\\/‘\/\ 1807~ M 170 °
© 1 D M 160 °
T 150° © 140 °
T) wm 140 ° reb) M 130 °
b \/\/M\m 130 ° t/ 120 °
T 120 .
A —— %Mmo
D ™S 1000 °
il R E Z?)
=) v — 0
- 0° = .
i ———— M 0-
50° 0
e
2° 20
M 10 ° \\W\’./AW 10 °
1 1 1 1 0 ° 1 1 1 1 0 °
200 400 600 800 200 400 600 800
Raman shift (cm™) Raman shift (cm™)

3.19 {111} iEFfh Pb(ZrossTios)Os D A DR AT A% AL SH T2 T~ AT ML
(8) BCELH e=(100), (b) BELELIE e=(001)
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383 F~UHELIRE DFRE

TR T UL T AR E OB REE T T YV EVEE LT, E
Pb(Zro3eTios1)Os IXZEHIEE PAmm (Ca)lZJRT DD T, AL E—R E E—FDI~ T Y)LiT
X(3.5) TR OZAAH[98], (LLD)ALIAIZ2D T, fiidn D (111)#h 7 [ 23 IE R D 7 B PAT Th D,
ZDI, T~ TV VO A RERD 7 #him e —BS L7 AT — D]
T8 T 2 ANCTT~r T L RfRSH T,

cos ¢ cos 8 cosp — sin @ siny sing cosf cosy + cos@siny —sinf cosy
T = |—cos@cosfsiny —singp cosyp —sing@cosfsiny + cos@cosyy sinfsiny
cos @ sinf sin ¢ sin 6 cosf
(3.32)

BliRf % @ =45° 6 =54.7° ¢ =0°bF DL, O RBHIE RO 2 #1ZFEATIT2 5,
TEHETDHE,
0.4086 0.4086 —0.8161

—-0.7071 0.7071 0 . (3.32)
0.5771 0.5771 0.5779

2725, [BHRZE DT~ T2V R 1%

Ryi;4 = TRT™L. (3.33)
\Z72%, 22T THI T W78 THD, ZNEDT~2 T U VRS DT~ U BELTREE 137k
XTEDLIND,

I < |ejRy1165|? = |e;(TRT 1)eg?. (3.34)

AR OVEGELYE DR Y5 1) e, e 13 xyz JERE T, (3.6)~(3.8) TEHOZILD,
FEEOBLF H A EBETHE AL E—R LN E T—RDOT~ 2 BELTRE O£ B 73
(3.34) k0. ZhZh(3.35), (3.38), (3.39), (3.42) TE DN,

es 7% X Bl 21T e5=(100) ) DIF
14:.(6) o |es(TRa, T )eq|*

= [(0.334a + 0.666b)cos6 + (0.472a — 0.472b)sin 6>. (3.35)
1"(x)(9) o |e;(TRg T~ )es| = |—0.667e cos 8 — 0.236e sin 0|>. (3.36)
I3y (0) o |e(TRr() T~ Ves|” = |-0.667e cos 6 — 0.236esin 6], (3.37)
11(0) = I (6) + Iy (6). (3:38)

es 2N z Bl AT (es=(001)) D FF
I4(6) o | (TR, T V)es|”
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= [(0.472a — 0.472b) cos 8 + (0.666a + 0.334b) sin 6.

I50)(6) lei(TRe T )es|” = 1-0.236e cos 6 + 0.667e sin 6|2,

I#,(0) o |ei(TRp) T™Y)es|” = [-0.236¢ cos 6 + 0.667e sin 6],

I5(6) = Ig(_x)(6) + I5(,(6).

(3.39)

(3.40)

(3.41)

(3.42)

FELIZAITT—R MO EE—ROT< U HELRE OB GEE 7~ HIE LR T= Ai(1TO)
£ EQRTO)D T~ HEELIR L (1X] 3.20 (@)~ (A)IZEARTERT D, TV TV OfE%ka, b, e
IZ.a:0b=1:06,e [MEEELZ, T~ BELTRE OBREGIEE I EE N —E L T\ 5,

e,=(100)

= |(@) A(1TO) =
g 1500+ g
S / Eq. (3.35) ] S
& 1000 i)
z z
g 500 . é
£ =

O L L

0 50 100 150
o (rotation angle)

—~ |(b) E(2TO) .
= 2000} Eqg. (3.38) =
5 >
e e
8 &
%1000- g
[ [
a 8
k= =

0 L L

0 50 100 150

o (rotation angle)

1500

1000 -

500

e.=(001)

(€) A(1TO)

50 100
o0 (rotation angle)

150

(d) E(2TO)
2000 - Eq. (3.42) - .
1000}
i
0 (L . . .
0 50 100 150

o (rotation angle)

320 {111}iEJ5 &k Pb(ZrossTios1)Os D AS DA EExHT 5, A(1TO)E EQRQTO)DZ
~ U HGELFREE OWEME . (8) AL(1TO)E— R, HELIEIR L e=(100), (b) EQ2TO)E—F,
R AR L e5=(100). (¢) Au(1TO)E— R, ALY (R e=(001). (d) EQTO)E—K,#ik

ARt es=(001), F2HRITA(3.35), (3.38), (3.39), (3.42) L0k b 7-H#E
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3.9 (U)EEMZEE AT Pb(ZrorsTio2)0s TEZ XL v /VIROFHE
391 ok

SrRuOs // Pt /I CaFo(111) Fabk EIC/EBIE 72, Zr HeE 73mol%d Pb(Zro.73Tio27)Os =B 4%
T VR N, BEIRIE 370 nm Thh b, X FREIHTD 20-0A I ML X 3.21 1T~ T, Kol
DOE—7%FR<E, PO(Zry,Tiix)0s D(111) D — I B RBIL, ZOTE X LRI (111) 5[]
WZEEE L CWNDZEN DD, F-. (L) DOMIZIFN(110) DY — I N R DZEND, ZhtiihH
IRE 5 TNWHEEZBID,

—
—
—
LLN
= S
% @)
—
2 o
ra
S 80-
2 n
(7))
[
2 o
c —
— —
o
S N
- a

20 30 40
26 (deg.)

3.21 Pb(zro_73Tio,27)O3 :EI:"?%“/&/W%@ XRD /R"F—

392 S<UoRHIE
ZETHASAD Pb(ZrozaTio2r)Os 13, ZEMHE R3c (CS,)IZB T 5[25, 124]1DC, BEsaOFH LD
2T — R, WS ZE RO A BIT DFIREIE— R,
= 5A; + 10E + 5A; (3.43)
S5 — R opt e OB ZEE — R Tacoustic (TZ VL,
Topt = 4A1 + 9E + 5A;,
Dacoustic = A1 + E (3.44)
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TROEIND, HFE—RTopn DT AL, EE—RIITVAEME, A E—RIZT v REHZRD
T, T AR LR DRI T — NI,

4A; + 9E (3.45)
L72%[25, 121, 125],

(110)/(110)E M D ZE A S Pb(Zro73Tio2703) % AR WT i 5 120> 5 7~ Il E LT, HE R
D JFERE L5 SR Hh D BRI 3.18 1"~ LI, #Edh O[5 M HIE R D 2 i & SEAT THY
AT EBELSEOMEAT ST ALy 710 T, Wik /7 s HRlE LT Rt T~ AT LA
AT( 3.22), fiE7e ULy (un, un)yl. ASHEERGELYE O T M3 ATy (xx) y]. AFH6E
BELYE DR YT M EE [y (xz) DS TRIE L7, R Ye7e ULy (un, un) y1OHIEIZFBUV T,
Pb(Zry, Ti1x)0s Z M K DT~ AT MV [124] BRI S V-, Ay(TO)E—Ri%, 137 cm®,
320 cm?, 570 cm? (ZHERRSAD, E(TO)E—RIZL, 205 cm?, 230 cm?, 250 cm?, 270 cm?, 530
e [ THERR S D, AL E [y (xx) Y& [y (x2) yl & b 5L Al E B—RIE2, AFEEHEL
FEOMR I TT a3 R E ORE [y (x2) 7] T T~ HELIRE 399 2> TWVD,

NI SEDR I ST 0% [FEES T, T~ AT MVOR G R AE 2 i ~7=, X 3.23 12,
(111)/(110) ZE i {4 &b Pb(Zro.73Tio27)0s D AKS I DRI ST WA ZALS T2 T~ o AT VAR
T, X1 3.23 (Q)iE., BELYEORmIETT D3 x #i7 1M) (e5=(100)). X 3.23 (b)iL. BLELIEORIETT
A% z 877 17 (es=(001)) T D, NI HDARI 7 & ZAVSEDEART ML DGR AT
DDWGIIND BT 4 )T RDARTNVIBEZ RO DT | BARD AT IV 2 dhififE &
LT BETH /B RDAXI NV EGFRELT, X 3.24 12, AFDECORGAE G 12332,
AL(1TO)E E(2TO) DT~ L R ELIRE DAEA K n 95, HUELIL ORI T A X 8l 7 18] DIRF DT
~ U BELTREZ X 3.24 (a), (D)IZ. BELEOIRIE T 28 2 §ih 5 M ORF DT~ o HUELIR B A X
3.24 (c), ()T A(ITO)E—R DT~ HUELIREE 1, BCELL ORI 17123 x il J5 R DIk
0= 0°THi R, 0= 90° TR/ IMEZ IR (1% 3.24 (). S5LHMARE2D, BLELEOR G 7 A
Z Bl M ORE, 0= 0°CTHIVIME, 0= 90° CHRKEZ HY (X 3.24 (c)). 1E5XHh#RE72D, E(2TO)
EB—ROT< U HGELIEE X, ArE—R<C(001)BL A IE T GO EE—RE 872D | MR « K/ ME
230 = 0°L 90° 53 4D, ZAUL, L O mIE AN (111) 7 Mz VTS D FEDHIE R D 7 il
05 A B 0D (111) FF AN AT Z B K35, BUELYED R ST 123 x 7 moRs, 96 =
10°CHKAE, K96 = 100°CTHivIMEZEY (X 3.24 (b)), RILHIHRE7 2D, BELEORIEIT
2z BT O, @ = 0°CTHVIME, 8 = 90° CRIAMEA T (X 3.24 (d)). IE5LHIRE/RD,
{001} A DIETT dh & L T, Ar B —RITA EKFERF L THLH23, E B—RIFNAEDK
90° L CTEY, (111)ZE A Pb(Zro73Tioz7)0s Tk, AL E—RE E B—R D AFEDOR A
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RAFPENTIE, FIUALARIZ 22> TUND,

E

-]

2

S

2

g’ y(un,un)y

3

= Y0007
y(x2)y

200 400 600 800

Raman shift (cm™)

3.22 (111)/(110)@5@ ZE R G Pb(Zro73Tio27)O3 OWr T DT~ AT NV
Y72 ULy (un, un)y]. fREELE ATy (o) y]. IR ICALE I [y (xz) V]
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(b) e.=(001)

| 5 ©
it = = 6 o)
F L g ©og ~
) by Wy, < &< 2
Rotation \w i s
angle 1 $ i i Rotation
ra')\ 180 ° —~ | angle
() o
= e 2| !
o °
& 0: 2
D . @ 150 °
- 140 — 140 o
N—r ° N—’ °
130 130
2 120° 2> 120 °
= 1o° = 1o
c 100° & 100
] 0° D 90
e o
C 80 o C 80
_— o — 70 °
o 0
50 ° 50 °
40° 40°
30° 30°
90 ° 20 °
10 ° 10°
. 1 . 1 . 1 . 1 0 ° . 1 . 1 . 1 L 0 °
200 400 600 800 200 400 600 800
- -1 - -
Raman shift (cm™) Raman shift (cm™)

3.23  (111)/(110)Ec M) ZE i 48 dih Pb(Zro.73Tio27)0s DA DRI FH a2 b S E T~
ATV (a) BEELE e=(100). (b) HLELYE es=(001)

393 TF~UHGELME DOFHBEME

W, T2 T I NDHT~ LR E OB EA F R 95, ZEmH Rdh Pb(Zro72Tio2s)Os
IRZERIRER3C(CSICIE T DD T, AAE—R, EE—RDT~vr 7o /d(3.22) TRbEND
[98]. (111)Ad 72D C, ARO[ 5 M2 HIE R D z §I AT ThH D, 3.8 HEFIERIZ, 7+
TV (fdn) O G ZRIE RO 7 G e —BSE5700 AT — D75 T
NI~ T/ NV RRRSE 5 (F(3.31)~(3.34)) .

ANFHE R OBGEL DR T8 €, es 13 xyz JEEE T, 2(3.6)~(3.8) TEDLIND, Hilim DR
M MEBETDHE AL E—REQ E B—ROT7~ U BELRE O A ERFHITZ R Zh
(3.46), (3.49), (3.50), (3.53) THDLEND,
es 5 X $illl 2 AT ( e=(100) ) DIF

10,(6) o |e;(TR,, T )es|”
= [(0.334a + 0.666b)cosf + (0.472a — 0.472b)sin H|?. (3.46)
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I"

E(-x)(6) |‘fi(TRE(—x)T_1)es|2

= [(—0.333c + 0.667d) cos 8 + (—0.471c + 0.236d) sin 0|2

I
Igy)

15(6) = I}y (0) + I}, (6).

(6)  |es(TRg) T )es|” = 1-0.667d cos § — 0.236d sin 62,

es 23 z il 2 AT (es=(001)) DI

I4(6) o | (TR, TV )es|”

= [(0.472a — 0.472b) cos 8 + (0.666a + 0.334b) sin 6.

It (©)  |ei(TRe(_ T es|”

= |(—0.471c + 0.236d) cos 8 + (—0.667c — 0.667d) sin 8|2,

Iy |e:(TR5) T 1)es|” = 1(0.471c — 0.236d) cos 6 + 0.667d sin 0|2,

I5(6) = Ig(—x)(0) + 5, (6).

(3.47)

(3.48)

(3.49)

(3.50)

(3.51)

(3.52)

(3.53)

es 7% X Bl AT (es=(100)) DEFIZ BT, AL E—F K NE B—RDOT~ U BELREIL, T2
A, (3.46), (349 LAt TED, HH LI AL E—R KON E E—R DT~ HELIRE OB
EET~ PELVRD T A(ITO)E EQRTO)DT~ i ELIREE (X 3.24 (a), (d)IZHE QA TER

T8, T2 T VORI EREICAEY 912, a:b=09:1,¢c:d=0.3:1+L7,

es 3 X Hill |l HE (B (e=(001)) D &b [AlER I, Ri(3.50), (3.53)HEtH LIz AL E—R K NE £
— RO~ HELIEE OB GREE T~ HIE LR OT- A(1TO)E EQTO)DT~ > B iLisE
(X 3.24 (b), (A)ZEAATFRT S, {00LIECAI D IE ST i Ph(Zry, Tit)Os DA LRIFRIZ
{111 B ZE AR Pb(Zry, Tin) Oz TED FHEER T~ iR E 1 I F R EE — 095, A(1ITO)E—R T
1. {00LHAC [A] 0D 1E 5 it & { LLLIAE [] 0D ZE i 4R da D ] 5 DL . A OAR SIS L ClRIER
DafsAEFEEA L, —J5 EQTO)E—RTid, {001} 180D 1E J7 i Pb(Zry, Titx) O3 DA

R AR AEME IR {1 A 22 A S DR L e~ TR 90° W AR ST TN,
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e,=(100)

2000

Intensity (arb. unit)

1000 -

-(a) A(TO)
Eq. (3.46) "

2000

Intensity (arb. unit)

0 50 100 150

o (rotation angle)

1000 F

(b) E(TO)
- Eq. (3.49).

0 50 100 150

o (rotation angle)

e,=(001)

1500

= | (©) A(TO)

g Eqg. (3.50)

o 1000+

S

2

‘D 500}

é g - J
0

2000

0 50 100 150

o (rotation angle)

Intensity (arb. unit)

1000 -

(d) E(TO)  Eq. (3.53)

( W

0 50 100 150

o (rotation angle)

3.24  AFPEOMREA EE X35 (111)/(110) B M ZE H Akl Pb(Zro7sTio27)0s @ A(1TO)E
EQTO)D T~ BXfLIRE DOMIEE, (8) Ai(1TO)E— R, B ELYEIRYE e=(100). (b)
EQTO)E—NR, #ELYERYE e=(100), () Ai(1TO)E—NK, HELYElR Yt es=(001). (d)
E(2TO)E—NR, LR es=(001), FE#IF. (3.46), (3.49), (3.50), (3.53)&V=k>
7o B E
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3.10 (111)/(11DEMZEE &S Pb(Zross Tios2)Os TEXFT ¥ VDT
3101 FBH

SrRUQ; // SITiOs Hel_EIC/ERLE L=, Zr Fh3E 58 mol% D Ph(ZrossTios2)Os “E X ¥ /L
5% Az, BRI 1750 nm ThD, X BREIHT Ok~ v’ 7 OfE R4 3.25 127,
(111) /(L1 D)EL ) ({113 ZE i R dG CTh DT E DR TE T,

(224) (222)

n
[AN
=
0 0]
I
©
o

o STTIO, 222 |1
" SIRUO, 222

111)SrTiO 5 (
= -
= = =
N SN D
I © I
SN (0] [ee]

o
[N

(1/d)//[111](111)SFTiO 5 (nm™)

(W)LY

36 38 40 42 44 04 02 0 02 04
(U/d)/[112](111)SrTiO 3 (nm™) (U/d)/I[I12](111)SITIO 5 (nm™)

=
o

(114)

© © oo ©

& (ep] oo o
T T T T T T T T
1

oo
N
T

56 58 60 62 64
(U/d)/[112](111)SFTiO 5 (nm™)

(L/d)/[111](111)SFTiO 5 (hm™)

3.25 Pb(ZrossTiosz)O0s “E XLy LD Wik~ v
3102 F=UaNRIE
Pb(ZrossTio.a2)Os IFZ DFHALD N ZEHE R3M (C3,)IZJE T D[124] D T~ G LR DR

e —RIE, (B2 TRLEEINC, 34, + 4E L725[25, 121, 125], T~ T /i
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(3.22) TR DOIIND, FMWr i 7 012> B E U 7= {11 AL 6] O Z2 [H A&l Pb(Zross Tio4203) D
HT~ o AT MVERT (K 3.26), fW)t7e ULy (un, un)y]. A EBGELE O Y57 10 53
FTly (ex)y]. AFHEEBELE DR T 1A DS T E [y (x2) Y] DR TRIE LT, A EE—RITZ
UE L A(1TO):140 cm?, A(2T0):320 cm?, Ay (3TO):570 cm?, A(3LO):750 cm?,
E(2T0):205 cm™, E(3T0):280 cm™, E(4T0):530 cm™ IZHEFRSIND, Ar, E T—RIZIR 518
DNAT OBLE [y(ex) y] CRUAIS U, — 07 ARG 7 M AS B E OB E [y (x2) y] CTlIFa S BlHlIS
AR,

NSO ST 101 % BEESHE T, T~ AT VO IEA FERTF 2~ [X3.27 12,
(111)/(A11) ZEH RS Pb(ZrossTio.a2)Os D ANK DRI T A ZEALSEI2T~ o AT MV &
AT, X 3.27 ()i, BEELYEORIEITIAAY X #5171 (es=(100))., X 3.27 (b)iL. HELIEORH
JiTaAN 7 #7517 (es=(001)) T, AFTORIETT 1A 2 ZEALS D EART ML DIRE DA,
TDDNDD, F 74 ) T—RDART VIR Z R DT | BARD AR V7 dhifii
ALTC KT+ /T RDAT VARG BELTZ (K 3.27 (0)),

3.28 (2. AR FEO 1Tk 5, A(ITO)E EQRTO)D T~ HtELIRE D fifi % ¢
RT D, WAL A X Bl 7 W OREOT~ U BELIRE A X 3.28 (), (D)IZ. BLELLED
fRIIT AN 7 5 1R DD T~ LR EE 41X 3.28 (c), (d)iZd, #(3.46), (3.49), (3.50),
(BB)NHEIRE LI AVE—R, EE—ROMEREL HIRTERRT D, TV 7/ VD% a, b,
c,di.a:b=1:09c:d=04:1&L7, Pb(ZrosTioz)0s ZE M KL FUA REHI
77
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Intensity (arb. unit)

y(un,un)y
M )y
™~ y(xz)y

200 400 600 800
Raman shift (cm™)

326 (111)/(111)ALmIZE M AR bl Pb(ZrossTioa2)Os DWF I J7 1D T~ AT ML
)72 ULy (un, un)y]., R CECE ATy (ex)y] . R CELE HEE [y (x2) ]
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(@) &=(100) (b) e;=(001)
¢ $$ lt Rotation W
= 180° .2 \\/W
YN L~
= 120° =
c % c
o] 100° 9
o
60° M
N M
200 M«M
1 1 1 Oo 1 1 1 1
200 400 600 8_(130 200 400 600 800
Raman shift (cm™) Raman shift (cm™)
2 ©
2
S |
o |
2|
2
<5}
E|

Raman shift (cm™)

200 400 600

Rotation
angle

180 °
160 °
140 °
120 °
100 °
80 °
60 °
40°
20 °

0°

3.27 (111)/(D)EL M ZEH R h Pb(ZrossTio2)O0s D AFEOMRIE T mEZE stz
T AT RV (a) BEELYE es=(100). (b) BELYE e=(001). (c) HhFRE AL CTor

LIe B IEE T —R DRI ML
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2000 e,=(100) 3000 e,=(001)

= [ (@ A(TO) = | () AQTO)
= ] =
z 2000} Eq. (3.46)\\ : 2000} Eq. (3.50)
& 3 m\
2 2
'S 1000} 2 1000
2 2
= =
0 : ‘ 0 : : :
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)
3000
g | EE@TO) S0/ (@ E(TO) — Eq. (353)
_z 20001 Eq. (3.49) ; [ ] . /
S 520000 .
2 =
% 1000 % 10001 -
£ £
0 : s 0 ‘ s ‘
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)

3.28 ANPEOR YA I H(111) /(11 T)EC ) 2 i A8 dh Ph(Zross Tioa2)Os D A1(1TO)
L EQTO)DT~ U AELIRIE, (3) Au(1TO)E—R, HEL ARt es=(100). (b) E(2TO)E
— R BGEL R es=(100). (c) A1(1TO)E— R, BEL ARt es=(001). (d) EQQTO)E—
R ECGELYGIR O es=(001), E#RIZ(3.46), (3.49), (3.50), (3.53) k0 skd /- H a1

3103 (11DEMOEEDELR

XRD HEDFERNS, ZOFIE(111)/(A1DEL A THLZEN D> TND, T DT,
(UDE MR T~ BELTRE I 52 2 BA B R T2 0NENDHD, T TR FEBREL
TI~UBELRE AR L, (UD)E M EQIDEL A OERFE 5 R E2 2 E Vi, Vigz(E 1—

Vi) E9°5 (1% 3.29) , 22T, g, I 17l NZ VALY EE M E (L1 DBEE R DO E DT~ U HEGEL
SR ST,
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(L)ALra AFES R Vo, (L1D)ER ) RFED R Vi1

T X [l S i S
/ > Q(\(} ‘Z’r@ Q& (5,@
y / / ,/T g@’ / / A/T g@
/ /
_____ i 2 /” 2
el o 7= A
& e,=(100) e=(001) €i &,=(100) e=(001)

[ =Viq X I111 + Viggs X g1

3.29 Fffh#hE AL - BEELEONLE B LR

BOELYE ORI T es 23 x HilllZ AT (e5=(100)) DIRE
A(TO)E—R
I,;(111)  [(0.334a + 0.666b) cos 8§ + (0.472a — 0.472b) sin 0|2,
1;;(111) < |(0.667a + 0.333b) cos 8 + (0.333a — 0.333b) sin 62,
1,21(9) = Vig1 X 151 (111) + (1= Vyqq) X I3 (111). (3.54)
E(TO)E—FK
Ig_x)(111) x [(=0.333¢ + 0.667d) cos 6 + (—0.471c + 0.236d) sin 612,
Ig,(111) o< |-0.667d cos 6 — 0.236d sin 6|2,
Iz (111) o |[(=0.577¢ + 0.471d) cos § + (—0.577¢ + 0.236d) sin 62,
Igyy(111) o |(=0.333¢ — 0.817d) cos 6 + (0.333¢ + 0.408d) sin 6|2,
I=Vir X l = (1=Vi) X I1q7
= Vi X {lp_yy(111) + Ip,y (11D} + (1—Vi) X {Igpy(111) + I, (111)}

(3.55)
A(TO)E—R
I,,(111)  |(0.472a — 0.472b) cos 8 + (0.666a + 0.334b) sin 6|2,
I,,(111)  |(0.333a — 0.333b) cos 8 + (0.667a + 0.333b) sin 6|2,
I,Iﬁln(g) = Vi11 X Iy (111) + (1 = Vyqq) X 11 (111). (3.56)

E(TO)E—F
[pcp(111) x |(—=0.471c + 0.236d) cos 8 + (—0.667c — 0.667d) sin |2,
Ly (111) o« [(0.471c — 0.236d) cos 6 + 0.667d sin 6|2,
Ig(_x)(111) & |(=0.577¢ + 0.236d) cos 6 + (—0.943d) sin 6|2,
Iy (111)  [(0.333¢ + 0.408d) cos 6 + 0.667c sin 62,
I'= Vi X1y = (1 =Vip9) X117

= Ving X {lpyy(111) + Ipy (11D} + (1 = Vigq) X {Igy(11T) + g,y (11D}
(3.57)
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(11D)ELME (LD BE M DAERFE 3 HRIZED , T~ BELRE DA R E T D, T~ T/ v
DfF¥ra, b,c,d23 . a:b=05:1,¢c:d=0.5:1I2BT5T7~ L BELIRE D A DRI
JE e 7%, (B354 ~@B5NEHAWVTHEA LM REEZK 3.30 (xd, U)E M OEIA I
100 %, 90 %, 70 % TEHE L7, A E—RIZ(111)E & (11T B O EFE S RIS KON AR T2

{ELZ2W 8, E B —R IR (111 EL 1) & (11 1) AL 1 O ARFE 43 2R 1S LW R A 4/ )Mt 2 B @D E 2
BT 5,

e.=(100) e,=(001)
— 100 % ——100 %
S0l (8) A(1TO) — %0% =10/ (€) A(1TO) — %0%
= — 0% = 0%
£ Eqg. (3.54) £
& q. 3. s
20.5 205 Eq. (3.56)
: 5
= =
0.0 . . . 0.0 . L .
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)
=, ® EQTO) o o151 (d) E(Q2TO) T
% — 70% % — 70%
5 Eq. (3.55) g1}
205 =
3 3
= =
0.0 : - 0.0 : - -
0 50 100 150 0 50 100 150

o0 (rotation angle) o (rotation angle)

3.30 AHEOREA I 5(111) /{(11D)EL B ZE A4 Pb(Zry, Tiix)0s 12815
Q1D E O EIAIZEBITD ALTO)E EQTO)D T~ > BEL i D B iR ME., (a)
Ai(1TO)E—NR, B ELER Yt es=(100). (b) E(2TO)E—NK, B EL Gt e=(100). (c)
AL(1TO)E—R, HELEIRIE e=(001), (d) EQRQTO)E—R, HELGIR G es=(001), FEAR
135X(3.54), (3.55), (3.56), (3.57) &K /- HFH fiE
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311 ARy ZEVTIETYERILT Pb(Zry, Tivx)Os BEDFHifl
3.11.1 Pb(Zro,ngio,4z)03X/\"“/ﬁU‘/ﬁ*Hﬁ

MEMS Z1ZUHETHELDT SAAIZHD Ph(Zry, Tit)Os BEIL A S #U L 7 IEIZ X0 E
SN TND, UL D, Ay ZY s 7RI EOERIE LT Ph(Zry, Tisx) O I T A | 238
R ORIy ZY o 7 H A=V T AL REL R T2 A& F N EATZO L TESR
FIBUAS X BREHTCTITFIEF ITHE L, 22T AESHREC T~ 3 sz VT X SR EHT
ECHIBID R NA S 2 o 7 I TYERIL T2 Pb(Zry, Tin) O3 FEOD di R OB 21T 7=, H
TEXBIE. MPB Ut Tdh% Zr He= 50.5 mol%?D Pb(Zrosos Tioass)Os T, Pt// Si F:bR LIz A
R BECIERE NI, TR AR TR L2817 7] O B> D —HhEd A CTh D, 26-0
HIED X fpEfr /2 — %K 3.32 (21, Ziudh, {001} A THHZEN0D, L,
b & 260~ @I TE D AT NVING TS TIIHEE KRR, 72, 20 Pb(Zry, Tiz) Os /i — il
BLECTHHDT xyz Hili7 1 OFE S 23 i > COD e XL v UL B 72D | Wikk -~ o
IR in R OHRIDEH LN,

-
N
> |8 5
O
S
(39
N
>
=
(7]
c
[¢D)
=
=
(@)
o
— 1 SRR r\l\ i vlm J“HM" wlmmm WL
20 60

26 (deg.)

3.32 Pb(ZI’o,sosTio,4gs)O3 X/\°*)5'U Vyﬂﬁg) XRD /¥ —>
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3112 F=vaNtilE

3.33 1T, {001} Pb(Zrosos Tioasz)Os DWTIHI Ji A1 DT~ L AT MV AR, fRGELE
ATy (ex) Y] OFE Ai(ATO)E —R | R JEELIE B E [y (x2) VI AR ORI M a2 b S 727
YA VR R, 1K 3.33(a)i . BAELEOIRIE ST 28 x Bl 5 1) (es=(100)). X 3.34(b)IE.
BUELYE DRSS 03 7 8l 75 171 (e=(001)) Th %, X 3.34 IC AFH DA T E L EH7T
VU AR VR R, [X3.34 (a)iX, BELIEORIEST 0143 x fil )77 (es=(100)). [X13.34 (b)iX,
BELYE DR J7 1028 7 847 17] (e5=(001)) TéH D, X 3.35 121X 3.34 DT~ AT ML EDRD
TN EDMRIEA O 12695, AITO)E EQRTO)D T~ BRlLIRE D& 95, HLEL
SEDARIETTIRD3 X #l 7 0] DRED T~ U HELEREEZ-[X] 3.35 (a), (b)IZ. BUELIEDR Y7 M2 z
i 17 A D DT~ ABGELIRE 2 [X 3.35 (C), ()17, E SE—R 4 B 23 (001) L 1] 0D 1E
Tk Rien, I~ TV EVEHE L (00) Bl ZEm e D AL E—R K RE E—RDT~
EGELIRE O ERIIZ T N ER(3.23), (3.26), (3.27), (3.30) TEHLEND, X 3.35 DT~
BRELIREE O I 12 25(3.23), (3.26), (3.27), (3.30) Dt E LT~ HELHRE O HGHEE
HRTHERTD 55T a, bIXfEE. ¢ d =1 : 0.3 &L7-, AHRE e=(100)I28B\ T,
E(2TO)E—RI%0=0, 180° TH A fE, 6= 90° T/ Mz &0, Al(1TO)E—REFEUALFE L2 >
7o ZOZENE, ZOiEHE, {001 L [ O ZE H AL THHEHHIL T,

—~~
=
c
-]
o
| -
(qs]
~—
>
=
(7] _
c y(un, un)y
QL
(= 3 _
—_ y(xx)y
y(xz)y

200 400 600 800
Raman shift (cm™)

3.33 {001} (7] Pb(Zrosos Tio.ss)Os DWr I J5 [A] (DT~ L AT RV
(R Ye7e ULy (un, un)y). IRIEECE ATy (xx)y]. R YEES E T E [y (x2)¥])
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(b) e=(001)

e |25 28 g .
oo viv yT T F R e
— — Lol
L 180° L 180 °
< 160° © 160 °
o o
= 0° = 140 °
2 ., 2
@ 120° = 120
5 100° & 100 °
I= 1=
- g ° = 80 °
60 i L\‘,\W\A 60 o
40 o M 40 o
2 ° \w\ 2 °
N 1 N 1 N 1 N 1 0 ° 1 wM%wmm 0 °
200 400 600 800 200 400 600 800
Raman shift (cm™) Raman shift (cm™)

3.34 {001}ALIA] Pb(ZrosesTioaes)Os DA K DRI 1A AL S HT=T~ L AT ML
(a) ﬁ&ﬁL% 95=(100), (b) EH&EL% es=(001)
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e,=(100) e,=(001)

_2000} (a) A.(1TO =~ |(©) A(1TO)
2P0 @ AATO) ey 2 O
5 5 1000 Eq. (3.27)
= e m "\
= &
210007 2 500/
5 5
= =
0 : : 0 : : :
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)
b) E(2TO 20 d
o |(DEQTO) i | 2 |@ EETO)
> 1000 >
= = .
< <100) EQ.(3.30)
> 2 4
'S 500t '3
2 2
£ k= ]
0 0 z
0 50 100 150 0 50 100 150
o (rotation angle) o (rotation angle)

3.35 AR A % H{001 L] Ph(Zrosos Tioass)Os D Ay(1TO)E E(RTO)D T~
VHELIREE, (@) Al(ATO)E—R, HELEIR YL es=(100). (b) E(2TO)E— N, HiEL AR
Jt e=(100). (c) Ay(1TO)E—R,BELYEIR G es=(001), (d) E(2TO)E— R, 8L LRt
e=(001)
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312 £&¥

e L &L C{O0L AL 1) O 1F U5 i 6 L O AL HEC [ D ZE [ A A Ph(Zry, Tisx)Os TEH
X3 VD NBS DR S FEAIE 2 T2 DT~ L A7 MV ZIE L, {001YELE O IE J5
LI M D ZE AR S I 351T 27~ L BGELTR B O R Ye A FE IR A7 M2 B B2 L=, {001}
MOIESEIZBWTIE, E B— 7~ BELTRE O M BHRAFEIT AL BE— R T~ U BGELTREE
DA FEARATIEDND 90°NAH N T AL TS, X HRAGIZ{LLL A M) ZE 1 (A Pb(Zry, Tip) O3 T4
FLAMETIE, AAE—REEE—ROT~ U BELIREE I, WAL CRICALAE T2 T
%, {00L}AL 1] D TE 7 it & {11 AL M) O ZE H A & TS TIRENC R T MR HDH Lo T~ A
RIMDBIER LT, Elo, T~ T U VEOERE LI AS ORI A I3 T 57~
HLIR E D 28 b D Bl GG & — B U 7=, {001} M1 O 1E J5 df 35 L OV {111} EE \) 0D ZE T AR &
Pb(Zry, Ti1x)Os (2N TT~ R IE DO BRI 72 D 2 LA fferB LT,

FT A AT HWBID Pb(Zros0s Tio.aes) Os TEDEL ] & it SR DRFAM A4 T 572, XRD & &£
FE O3~ o 3 S TE O e B 28 1 AR d &) E T &7z, {001 L MIZ BT, T~
% W i R O R EART AR SE T T,

ZOFHE T % XRD TR OB 2N EEL N — L[] Ph(Zry, Tis) Os 0D 1E 7 i & 22 [ 4
OB (MPB)IZE T Db R A SR 322 L TRARDHIBINTE, T3 A EHC/ERL
T ADEELICORNRHEE 2 HiD,
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BAE BT~ atiEE AWcER SR (ZnO) H DBRSR K Ma w1l
4.1 KEDOHNE

F1E T AIZIOT, KETIL, BT ~ o otiEz VTR aign (ZnO) ol R
faDFEM AT o7z, MR RIGOFHI DT, B2 D wmDOERF R MaZFFD ZnO ZafifEH)>
HETHRLERSHDDY, Zn0 (TETELILEZTT-T, Zn0 KO DD B OEEHE K
ez B A LTz, ZnO 27~ 5 CHIEL | BRR ICBIR T DIREIE—R ThD Ex(high)E—RD
T ARV OEALZRIEL  FER R EEIREIE—R Ex(highyE—RDT7~ 2 AT ML
DFH Bz~ T,

4.2 THC ZnO O KK BE 4 DEEH ORFFEIC D\ TRk ~D, 4.3 TH CAMFZED SR FIH|C
IRHNTTIRFE D VY JiakE ZnO DFHARENE—R LT~ AT MLV O BHRIZ OV TR D, K
IR CIT > 7 L O IRE L CHUS R E R Z I TR K MO R- 21 To 72D, BLiE &
[ZBALTIE 4.4 T, HRICBIL Tl 4.5 TR <D, 4.6 THCHFESHEMAROFRE, 4.7 =TEL
DEIRRD,

4.2 ZnO DT ATV
1.1.32HT/RLIZINNT, NEERED VY i D ZnO 1322 Mk P6sme (CE, )L, High

CIRBITENE N A EE R, Brina WO T MR B O AT S H ST VY ik
REE DA IREN (T4 /0 ) D (T T F ), ZINT o) = O (THE) BWTEL O

BERRBL TR DOSNH[126],
I' = 2A: + 2E1 + 2E; + 2B, (4.1)
ZOIBIETF T K(4.2), FET T3 TRbEND,
o = A1 + Ey + 2E; + 2B, (4.2)
TFacous = A1 + E1 4.3)

Zn0 DFET 4 /W, Bi B —RIZT~ U RNEETHD, AL E—RL Bt BRI~ D
DOIIMEMETHD, E2 BE—RIIT ¥ AGHED DR RNEMETHDH[127], IREE—REM 4.1
\ZR$[128], 22D E; E—R Db ORI BUA OIREE—F (Ex(low)) (X FEITHEh A A2 D
RENCRARL TBY., @M OIRET —R (Ex(high)) 2SERHEA A NZBMRL TV 5[129], &
REfE—RDOT~r T V%L FIOoRT[127],

a
A(2) = [ a )
b

Ei(—x) = [

E(y) = ! c],
c

—C
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d
E2:d , E2:

AT IEBEL ORI D AT IR G | 8 EROBELIACIL AT —RDRT~ G
72D, an KON ayy BROBELE TIL ALE—RE B2 BE—RBRT UGS D, AGFEEHEL
KRS N BB 555 | Ay, Ayx BB DOFELE Tl E2 B —R D3, e, 8z, Ay, 8zy Bk DHL
ELIE Tl Bt B — R T~ I5 72D,

TV UBELREE | 13T~ @RI KVEHRTE D, A REELRLE ISV TIES LD T~
HGELTREE A LL RN T, A dn D ¢ #laIE R z dil, A a Al E RO x e —HS
B,

z(un, un)z OBLE TliE, Ay, B2 BE—R DT~ AT L MEHND,

ol

d
~d ] (4.4)

2

2
Iy, x |e; Ry, e5| = = |2al?,

2 —c]/1
Ipc—x) < |e; Rexyes| =[(1 1 0) 1]| =0,
—C 0
2
, 1
ley & lei Regy es| = (1 1 0) cf{L] =0
c 0
, d 1\ —d 1\ [?
Ie, < |e; Rg, 5] = |(1 1 0)[ d ](1) +l1 1 0) [—d ](1)
0 0
=12d|?> + 0 = |2d|?. (4.5)

x(un, un)x OELE Tl Ay, Eq, B2 BE—RDT~< U AT MLV RELILD,

w8

2
2
Iy, o« |e; Ry, 5] = = |a + b|?,

2 —c] /0

Ige—x)  |e; Rpexyes| =[(0 1 1) 1] =0,
—C 1
2

2 0 2

Iy < |ei Regyes| =[(0 1 1) cll1])] =12¢?,

c 1
) d 0\ |? —d 0\ |2
Ig, o |e; R, el = [0 1 1)[ d ](1) +|(0 1 1)[—d ](1)
1 1
= |d|? + |d|? = 2]d]|>. (4.6)
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X(Yy)X OELE TIE, AL, E2 B—R DT~ ATV GEHILD,

w8
LI
oo
cof o |

X(z2z)x DELE T, AL E—R DT~ AT MLMGEHND,

0

)
1
—c] /0

el I
—C 1
0

0 o 1)[ c](o)
c 1

d 0\ |*
oosf 4 ]

1

X(y2)x OELE TIX, By E—R DT ATV AELND,
0

)
1
—c] /0

© 1 0)[ ](o)
—C 1
0

ool B
c 1
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2
2
IA1 x |ei RA1 esl = = |a|2’

2
IE(—x) x |ei RE(—x) esl =

0 1 0)[

2
Igqy) lei Re(yy es| =

2
IEZ x |ei REZ esl =

= |d|?.

2

2
by Jec Ry el = = IbP?

a
0 0 1)[ a
b

2
Ig(—x) < |€; Rp(—x) €]

2
Igqy) lei Reqyy es| =

2
Ig, |ei Rg, es| =

=0.

2
2

Iy, « |e; Ry, e =0,

a
o 1 0)[ a
b

2
Ip-x) % |ei Rexy €| =

2
Ipyy % |ei Regyy es| =

oo

ol |

0

0

0

1

)

4.7)

2

)

(4.8)




2
+

2

2
Ig, < |e; Rg, e5| =

o 1ol 4 @+t of )

=0. (4.9)

X(zy)x DELE T, E1 E—RDTv U ATV ELND,
0 2
0

Iy, o |e; Ry, es|2 = =0,

a
0 o0 1)[ a
b

2

2 —c] /0
Ipi—x) < |e; Re-xyes| =1{(0 0 1) 1) =0,
—C 0
2
2 0 2
Igiy) < |ei Regryes| = [0 0 1) cll1])] =lcl%
c 0
) d 0\ |* —d 0\|?
Ig, < |e;Rg, es| =0 0 1) d 1) +[{(0 1 0)|-d 1
0 0
= 0. (4.10)

AN BELED TGS D ¢ il 1A & O a BT MO E DT~ AT NV EERER
4.2 (a), (DIART, AS-BELEO T R036 i D a 85 10 OS5 E R CRIEETT 7, H
TERD 7 W FEER D ¢ BhEFAT, ME RO x #iafEfh o a il FATEL7= (4 4.2 (c)). ZnO
DFERENE— R OO CEREE R 4.117F[61], X4.2 (a), (D)IZBITF LR E—RNE—
FHL WD,

4.2 ¢ #IF MDD OMRAZRL O S BEELIZIS U T, Eo(low)E—R & Ex(high)
E—RDOIRNT U ATV E A(TO)E—RDFINT < AT ML AMBIIE S, 2™ order
I% MP(Multi Phonon) &% FEITAL, ZnO KA DIRENTH S, X 4.2(0)I2~7 a #ill 57 M b O
HIRLD NI - TELEIZ I DT < AT VIR, clilid7 M B DRGNS - HELIC L DT
VARV ERTRD  A(TO)E—RE Ef(TO)E— R0 <B S, Ex(low)E—FR &
Ex(high) & —RIZAH R HINCE5< 70D, ETo, RIEE D EART MLV DRI AT D, AL
& X(z2)x DI, E; E—R DT~ AT NUWTBIISN/2<72%, ZOHIERFI1%, X(4.5)~
(4.10)DFHEFERL — B L TRV, BfE S ORE B IED LN 03D, MRIZEB W TR, #
BN IT 8T 5 N D TT~ L AT VARSI E 352 ST H kR,
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7% 4.1 wurtzite ! ZnO OIRENE— RO & H[61]

RESE—R | SCEVME (cm™?)
Ai(TO) 380
E.i(TO) 409
Ez(low) 101
Ex(high) 438

optical mode in ZnO

C-axis ‘ Q-> ® 3 ® co-

t«tébé

E, ‘Bl(low) Bl(high? E,(low) E,(high)
Y

T~ ANEE
acoustic mode in ZnO
c-axis ‘ [ -
i o
. . H
o .—>
A, E,

4.1 ZnO DI{FIREIT—R
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Intensity (arb. unit)

E,(low)
A(TO)
E,(TO)

E,(high)

g g O
E,(low) (a) ’E‘ « h
{7l £ L
z(un,un)z =
E,(high) = LJ/WJ \/\ X(yy)x
E NI X
A B S —— v
2nd order
. . . . ) fmt7el
100 200 300 400 500 N \J M x(un,un)x
Raman shift (cm") 100 200 300 400 500
Raman shift (cm™)
VA yA
()
Z e=(010) Iei:(om)
(cHili 7 1A)) 1
z(c ]
X ' 1\ | ' eS:(Olo) 952(001)
4 Y y
X(yy)x X(zz)x
y
—- i | z Z
x (a5 [71)) P [ |
: ’ _ e;=(010)
e;=(001) ) S
e.=(010 e,=(001)
ZnO &=(010) ‘ ;
—>Y y
X(yz)x X(zy)x

4.2 (2) ZnO HAEFHDT L AT I Nt HELT ] ¢ B FAT 717
(b) ZnO HLfE DT~ AT ML AT BEL T W) < ¢ il TR (B 7 7]
(c) PR B UM T
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4.3 ZnO BELikdhHh DB R MaREAM
431 #h

SFEERITIT AL A I R (0001) Bl 7] ZnO Hiffdh (X 4.3) AL 7=, BfSdhOHEARA R 4.2
(TR e TAR D B TSR AR D FEIRAAT709 #y . 2D B FEAR A 455 53 12 B0 L T
ERLT,

1cm

4.3  (0001)Ac[m) ZnO Bk i (R AU I 4Y)

86



7% 4.2 FEBRITHVZ Zn0 B

H A kR
[PsZ DA chiz (0001), +cHE;
HA4X [A B, C A.10 mm, B. 10 mm ({2 0.3 mm)

OF XY IF/D,E,F, G

D.2mm, E. Imm (3£iZ£ 0.3 mm)

B4 T T. 500 pm (+ 10 %)

A miifi i /0.0 = 02° , afiifm /0.0 = 0.2°
Fiaift B X7 —

RS RMS < 0.5 nm AFM JIE
R —r 7 30

HhiR 50 ~ 3000 Qcm Hall &, EEDEHIEM, (FR)
XU T R 1E+14 ~ 16cm? Hall & (F1E)
BE A 100 ~ 200 cm2/Vs Hall & ()
M n 74 Hall & ()
fteatE (XRD) FWHM (0002) < 25 arcsec, FWHM (10-11) < 20 arcsec
ZE R > 75 % (450 ~ 850 nm)
Rl e Li < 1E + 18, Al < 1E + 16, Fe < 1E + 15 atoms/cc SIMS
SR TTV < 10 um, SORI < 25 pm
ol g > 99.998 %
DR EoRiA IKRENG it

D T

Mg e
Y / ] T [
A | i
E T 4 a-axis

Al oo I

Top View

Zn-face :

’ I
h B " Zn-face O-face
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4.3.2 BILEVLEEE DR E
ZnO HIZEAE Kz E AT 5720, i BVILERAE B (RTA)Z IV T, ZnO 5B 2K TR
FHSH (AriH, = 96:4) TiE TEVLEEL . ZnO HOMEBEAFRE L=, KFBIRE T ADF &IT
100 sccm/min &L 7=,
ZnO + XxH; — ZnO1x + XH:0 (4.11)

FesB R MG ORHI D70 121%, BT ELEE THSA R BN AN ENRDBID, 18 ITEL
SLERIR FE S B W SRR R T2 CRKHE SR P CUED 72 | 33 S0 ALER IR B 1 X 32 03 B )T
EAMRITIRWIR ISR E T DM EN DD, EITPIR 2R E 572 | BUL PR 228
RIRDIOIRTCEVLILAATU | BER KD E U DR EE 2~ T,

HfESLClT, SR AMOERIR S 500~800°C LEERF] 30 min. & UY 500~600°C, KLERFRE(H]
60 min. CiE LAV A F5 272 o7, BVLELFI2 DB B2 b A B R CTHIEL TROTE
B BEOOIEE R M ELFR LT,

X 4.4 |2, B S ORI OE B &0 DIRD TR R a2 <, mon VL
JLEE A 500°C CIIALERRER] 30 min., 60 min. CE &2 (LAIE) 7=, 600°C CIFALERRF 30
min. TIE & ZS LA E Sk /e hr o 7=28, ALERIER 60 min. TIRE & 25 (kAA L7, 700°C,
800°C CIFALHEMFR 30 min. CHEZA(LAAELTZ23, 800°C TIXE B SRR LI EH
KDY 10 %L BiZ725TLED, 800°C TIXHEAD I TWD ATREMEA R E N, HiEh K
HRDRAECIERND | HERDTETFIRWR B CIE e LR AT DN EEL, ZDTE
a5, B i CIE ST AVLEE £ 4 600°C IZR%E LT, ZnO 128\ CIdiE o AL B IR B
400 °C LA CleE KoM AU DL DM N HY[49, 54], AREILTZ LIS NRENTND,
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i [ ]
0.10 _Treatment Flme
~ | 30 min.
< A 60 min.
— [ ]
Q o.01t
N
=
>
A
0.00f m n

500 600 700 800
Treatment temperature (°C)

4.4  BICEMLERIE FEIZ XA ZnO B SR ORI s 0L
LA E T ALPERER] 30 min., R E SCALEREFRS] 60 min.

433 BuPULE

ZnO Bk SRR KA B AT 5725, RTA J2 HIVN T, Zn0O B A K #5R0R &
TEITCHVLHL , ZnO T OMFREFRELT, BULHLR#AZ 2 5L T, BBR R Ea 221t
STz, MARITETAVLEEEE 600°C, ALERRER] 30~240 min. o2 f T o AL A1 T-
72, 4.5 |23 TTEMLERR# O ZnO B S O E B AR, mnBVLER T R E VD

TEICThoT- B ELD, IE T BVLBERF ] O N E IR m A3 <720, BB H-1E D,

DIZFELL KR E DIRIEZ R 9 D7-8 . SEM CTiE s AVILERF % D ZnO BAfE S o miik

ezt L7z, X 4.6 12453 5000 15 CHIELZ SEM Bifg4A~7, BVLEHTITELTHY,
RITALERZATIRO LR IR IBICE DD E DD ANATEDIH | BALEREH DO e (2
HIN3 20038 TED,

U . T }" o it 1
g SN 1cm B
Before treatment  Treatment time _
30 min. 60 min. 120 min. 240 min.

45 ZBITEHVLERRFT#% D Zn0 Hifs Dt EE
T AL ERE] 30min., 60min., 120min., 240min.
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Before treatment Treatment time 30 min. 60 min.

120 min. 240 min.

4.6 BITEULHFRE% D ZnO HifE SO SEM Hifg
& T ALERAF] 30min., 60min., 120min., 240min.

434 GG RPICLLERST

T AR IVOEA LR R B O BA T DIE, EFRIZEY ZnO Bk
(B ASNZ R K sz AL DNE N B D, RITAMLEC IR DR T CTE &
T o728 BB OB B AR R s LT, BV AR OB &2 i, i K
PRz O CTHIE Lz, JIE LA EHEZ 10 [FIT TV, 20 EE R D72, K 4.7 1R 7R
R g B LB T BMUEL O B MR 2 R, 8 n BVLE R [ O BE & ST FR SR R B EAME L
TW5,
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0.02} .
5 |
g 0.01} m.-
=
g
0.00/m m "

0 60 120 180 240
Treatment time (min.)

4 4.7 EICEMLERRFH S ZnO HRS S R SR K S oo B R

435 BERRT NI ED ZnO Bifs & O XKL

BT ~ 43 4L/ (Photon Design, NFR-800-NSD)% VT, 38 JEALPRFT4 0D ZnO Hifk
fa 7~ AR MVERIE LT, B & 514.5 nm, 2EEO7L—T 7 1E 2400 A/mm, xf
YL o ROfEHE 100 15, HIERH 30 s DGAFCHIEL 7z, ZOMIE SR TOMRB s fiRREIL
0.24 cm, FHETROI-RBI R EICBITHL —F—DARY MEIL 0.7 pm, JIEL7-3 kR
HZIBIT AL — P — X 5 mW ThoTe,

BT, RALPHZEW CRYEER SR TAE b s, I 1A & 97 i 7 1) (x
), KSR ¢ HhITRTL TR By 1)) &0 B S 3R T 40 A 7% 5 HOELEL I CIRIE L7, I
EDIEFRE 4K 4.8 [T, ZnO BifEfho ¢ fie, JERD 2 #liLFATThD, AIHED
YT T y 5 W), BELYE O EITE > Ty, 2084 BGELECE 1T x(y,un)x THR
b,

R ICEMLER R D Zn0 BifE DT~ AT MV EIE T 5 LA 72 ZnO DT~ A
IIVHMERE AL (X 4.9 (a)) [130]. 99 em™ fHUTIZ Ex(low)E—N ., 438 cm 3112 Ex(high)
E—RORNT AT MU BT D, —J7, 330 cm™ & 380 cm™ ik DIV T~ e —2
XD R —F =& A(TO)E—R THDH[131], BVILFRIZ LD AT ML DOFCARIZZE L L,
Ex(high)E—R DT~ ATV OYER K Z 779 (4 4.9 (b)) o Ex(high)E—R DT~ A~k
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JUITE T ALERRE I O BE N 412 (KB BNZ S 7 b, BRI 975, — 5| Ex(low)E—F
FFREZALL TR, AU, BBR KO A ZnO HIZ/ELILT, #Eh K BGIFIESIL TR
WZEZEREEL TS, Ex(high)yE—RDT~ 2 AT ML OPEE L DR EZ RO D720 X 4.9
()P Ea(high)E—R DAY L2 gl & LTz, e BRI 55 Eq(high) & — R O
a7 (K 4.9 (€), (d). EITQBR R ORI I | W HBAMER I 7R T
W5, ETo, SREEDNEA LTz, ZORE, #lihA A NSRRI DIRENE— R ThHD Ex(low)E—F
OWEEEIRE DEAIT RN e h o7z, Zhud, HEAA A LR T BB TR Bl Cuis
WZEERLTWWDHENR D,

4.10 12, 4.3.6 HH TR 7o R K Ma ®A | BRSE K &Sk 35 Ex(high)E—R D
BAEEFRIE AR, BRSR R M O INE I WRDMER AN 7 R LTS, Fiz, TR
DD T DLV R TEI,

Incident beam Scattering beam
e,=(010) &

N

polarization
X <>

Z . :
c-axis ZnO single crystal

4.8 T~ HEDNFHLE
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= (a) 3 2 | Treatment time
= uf S |240 min.
£ fL N 1120 mi
S — min.
5 60 min.
[
2 J | 30min.
J , ) | Before treatment
100 200 300 400 500
Raman shift (cm™)
= (b) E,(high)
S /\ Treatment time
g A 240 min.
> ; 120 min.
5 | 60 min.
= 5 30 min.
, : , Before treatment
430 435 440 445
Raman shift (cm™)
438} (c) —~
% m N GEJ
£ 437 N ° 10+++ .
& =
>
S 436} % 09
g z 0.9 +
o [
435L. =

0 60 120 180 240 0 60 120 180 240
Treatment time (min.) Treatment time (min.)

49 (a) ETLEMLBERIE O ZnO HfE DT~ A7 ML (&R T ALFLIFRE 30 min.,
60 min., 120 min., 240 min.) . (b) Ex(high)E—RFD 7~ ATV OJEKIA
W ICALERRERET 263D Eo(high)yE—R(c) JAHE KL Y (d) T~ BELIRE



438 (a) —~ [ (b)
(5]
E . B
E S e
\\\ > \\\\
S 436/ Z 0.9] +
= c
© =
© 435l ' ] =L ' '
0.00 0.01 0.02 0.00 0.01 0.02
xinZnO xinZnO_

X] 410 ZnO HfEALIZEITS (@) Ex(high)T—RDREFEH LY, (b) T~ HiiLE L
(e YN RAPY LS

4.4 ZnO MR DEEFR X Ma T
4.4.1 #sk

T ATEEA LT R (M :99.999 %, KOCH Chemical LTD.) % i\ /-, 4453 THT
XRD HIE DGR (K 4.15(a)) 2R L TS5 XRD HITEDBIT AR MRS R 2202 T2,

4.4.2 BITBVLIIREDRE

B db &[RRI IR T BB L 3 s WO SRR3R 720 CR<lignb kT TL 72 | & il
PR EE I I R 23K T CTHSR SR T W RIS E T DM E D DD, D72 iR IT LR
JEaRD DT | BULBRIR 220 2 IR 3 OIE UL ATV B2 R a3 A2 C D R A~
7o MIRTCIRDYGE | B E RV R TLEI NG, LA O'E &2 1L
ZOHT RAECIEREICHIE T HIENHEL, 2T, Zn A4 OIEEIT—RNTHD Ex(low)E
—ROBULIRIC LT~ AT NV OEARIZAE B LT,

YR CIL, BT BVAERIR FE 300~600°C, ALERRFR 30 min. Cig mAVLERA 35 7e o7z, 8
JCALEEL T2 ZnO By RIZT~ U ATV TR L 72, [ 4.11 ()i, iZJTL7z ZnO DT~ A
~YMVERY, HAERE R, B I72 Zn0 OF~ L AT VL AELIS I, 35 T SRR
TRIBITMERSNR,

I =2 MEREA L TR Exlow)E—RE ExhighyTE—FDTF~o o 7 et 2
A, X411 (b) 1R, Ex(high)E— R, S BVLERIR  300°C TIXFAL LD b T,
400°C LA_ETIRIZEANCS 7 b5, Ea(high)E—RIZ T ICHRZEA A DOIREN R L7 IRE)
E—R2OT, BICESLEREE 400°C LA ETHENHKITHLEEESND, —F | Ex(low)E—
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RUZ, R TEVUER L 400°C ETIIFAL BT A b3 b, 600°C TR BRI~
NLAED D, ZDTEMND, IRITTEMLELEFE 600°C TIIHEh ML T TWODRIEER D, D5 R
FU AR TITRSCBVLIRR A TR D3 (T T fiSR 3 T2 CARES D 400°C (ZRRE
L7z, Hifet Gt KV IR ST LR BE MR O 1T AR R EGE ST BB D R B2 2 1070
T EEZHND,

()
g E, (low)
S
‘3 2ndorder  E,(NGN) 1 ooient
S l A (TO) temperature
P 600°C
z | |
S
I= J 300°C
9y Before treatment
100 200 300 400 500
Raman shift (cm™)
00 (b)
ﬁr-\ . '.""‘=’=====:::::: ...... .
- B
2 ®
£ 05
=
w
S -1.0t
= = E (low)
X _.15¢
'20 [ | X 1 . 1 L 1
Before traetment 200 400 600

Treatment temperature (°C)

411 (a) ¥ CEVLERAT K ) 300, 400, 600°C T 30 min. [l L BVILELL 72 ZnO ¥y KD
T U ARV (0) Ex(low) E—R&E Ex(high)E— R OERLERIE FE (2 L2 &8 5Kk

(T~ 7k DAL
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4.4.3 BLBOHE

ZnO My RHFICEEE KA BN T D728 | BTEHLELL Zn0 HOmHRZRELTZ, 2L
RFA A2 HZE T, R Rk EA LS T, RITBULIRIREE 400°C, ALFERFH] 30~90
min. DA Tl T LB AT o7z,

¥ 4.12 (ZETTHVLELRTE O ZnO ¥y ROIEFEHZR Y, EITAAEAN I A A THLH,

BB ZATH BT E A LT, BT | AR RSE T DD R ¥ vy 7R
720 FIRFEI D WIS 72D LB 2 B,

Treatment time
30 min. 60 min. 90 min.

Befor reatment

412 REITCEGLFERT KON, 3B CEVILER 400°C, RLERIER] 30~90 min. CTiE JLEVILIRL 7~
Zn0 By ROt 55

4.4.4 BEEHSITIZIHFM

(a) BVEBRSHHIE
Eo(high)E—R DT~ A7 WL OZE AL LR K R DO FIB % L BT | S8 TTALFIC L A&

U7-FesR R a4 & BRI RIS DM E N DD, Bk sn CTIXor KREE FHWC, &Eon Bl
fiT# OB B2 E LT3 R TIEEE O B &1 0IE ST AL B FP By R S R L T
L7200, IEfERIIEDNREECHD, 22T, ECHULELL TR R AEL T2 ZnO MR % .
HE&EEZNELULPOLHEELT, BITLE LT Zn0 HiRZ KK TR LT 5L, &
BRLFRIZ LD A U T R MR R DR D, ZO07h FLICE D E &I EZE T 52
LT BEXMEN RV ND,

ZnOsx + 3x O; — ZnO (4.12)

LU b0E Bl E 1L, BVE &/ ik & (BRUKER WS003 system)z FV /-, iE Al
P72 ZnO By K%, ZE5 " CERIRA D 600°C FCAVLER (FFlR(L) L7eh D, B &N &2
ELTz, FHRIEEIX 10°C/min.t L7z,

4.13 |2, B EERE LD RS o 7o R KKz s T, IZou BRI O HE N e (2
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FRBBEAHEIL TV, Fio, FRRLIZBWTIEN D RINDOEMR T 570, &
JCEMLEERT, UL | BB LR O ZnO By RO, k& T EE T~ AT ML DL
ez ~Tz,

_0.010}

0.005¢ e

X in ZnO
)

0.000 @ . . .
0 30 60 90
Treatment time (min.)

413 R EICEDR®DT- ZnO By R A U TR 3 K [a & & 45 BLER I ) oD B4R

(b) BEELICLARBIDOADE(
4.14 |2, (Q)EJCALERAT, 400°C, (0)90 min. TiEILAVLHL, (c) K5 H CTHER{LLHL -

Zn0 MyIROEEA/RT, BEILBVLHATIL A A, B A TR0 LD LB D, L Len
O, FIRILEATOL A EITRD, Zhud, EICUBIZIVIESILE ZnO Hhofesa K Kas, Pk
L T2 D720 &E 2 HID,

414 ZnO My KON FEE ((a) EcHULER], (b) KFEFRH S H T 400°C, 90 4rfiiE
TLEVLER, (c) 22X CHEEL)

(c) XRD #HlE
4.15(a), (b), (c) . EICALIRRA, /KT H T 400°C, 90min. & LWL KT
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FHEALALERL 7= ZnO #y KD XRD /<% — %, IR O LD 20 D Z 73 mfiix
ZnO @ PDF 7 —#~X—Z”JCPDS 36-1451" D% A iz, XRD K0 R&O 7246 4% X 4.15
(d) R,

EICALPRAATROL ¢ W5 MO ER DM OD, Zhud, BRI KT TR ORE S )
MHIIRDT=DEZZ BIND, LT DEMEFEEDNE TTHTOMIZ KD, ZAUZXD | iEeh
BUZIOIEBITZ ZnO T OB KMa3, PR THD RSNDZ LD MR TET,

o AN+ N o ™ N <

o Co o — O 4 © O

— O+ — — ~— O
@ e =
o O
NN

- v w Re-oxidized

Reduced

ML,

20 30 40 50 60 70 80

Log intensity (arb. unit)
S
i!;
i
;‘

26 (deg.)
(b) S © g
- S -
S Re-oxidized| Re-oxidized
& E
é’ Reduced 4? Reduced
8 n
15 3
= Before = Before
31.0 315 32.0 32.5 34.0 34.5 35.0
20 (deg.) 20 (deg.)
5.22

() N

oL W c-axis

521t u

g |m

g 5.2,

S 326 @ a-axis

2 325l 0

_I 1 1 1

Before treatment  Reduced Re-oxidezed

4,15 EICEVLERRT, IEITEVLEL FEAELT- ZnO By XRD A~<Z7h((a), (b), (c))

KON, (d)XRD Lok a dihd ¢ ok &%
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(d) BT~ DIEEICED ZnO MR DR SR R BaFTAf
4.16(a) 12, MRICALERRT, K FEZRPHA T 400°C, 90min & TELER KA TR L

JLBEL 72 ZnO ¥R D Ea(high)E—R DT~ A7 ML %77, [ 4.16(b),(C)I2. Ex(high)E—
RDT~< 2 AT MV #E A L RO 72, Ex(high)yT—R DT~ AT ML O E K OV
JEA IR, SR ITBVILERA4T729 & Ex(high)E— R MK B MNIC S 7 hL SB35, Lo
L7230, 32 VLR L 72 ZnO My RZ R 3 5& Ex(high)E—R DT~ AT ML DL
K ORI ANETCRIOMEIZ R D, AU, IBITLERIZIVELITZ ZnO HOEEFE K Ia7AS, Tk
{ETHDRINDHIEZRL TN,

=@ E,(high)
c
>
g
S .
> Re-oxdized
—
g) Reduced
b educe
c
- Before treatment
430 440 450
Raman shift (cm )

—~  |® e :

o —

N <

E 2

= -0.5¢ > 0.9

-1.0t 2 08
g . E
Before treatment  Reduced Re-oxidezed Before treétment Redl;ced Re-o;ddezed

4.16 FITEMLERRT, 38T AVLEE GE T EVLELR R 90 47, ALERIR EE 400°C) | FREE{kL7-
Zn0 KD Ea(high)yE—R D ()T~ A7 ML (b)EEL. (€)F~  HELiR s

4.45 FEPET~ MR LD ZnO MR OERSR R MaREAfh

BT ~ >4y 4 & (Photon Design, NFR-800-NSD)% VT, & SCALBRRT#% D ZnO ByHR
DT AR VERIE LT, FifL & 488 nm, & D /'L —TF (27 1% 2400 A/mm. %4
LU RADREHR 40 15, JIERE] 100 s DS CTHIE LTz, ZOWE ST OWRHESfiRHEX 0.28
em, FHEDLROTZAREI R I IZBIT AL —F —OARY MEITH 2 um, ERLU7Z50EHEE
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IZBITHL——GREEIT 5 mW ThoTe,

4.17 (a) 12, BICIERFIE DT~ AT MV AR, HfE R ERERIC, BITAL BRI
TARY ML OIGIRIZZEA LT, BRI L2 BARIE MR SN eh T2, K 417 (b) 12,
Ea(high)E—R DA ML ERT, IRICALBLRER] O I & L1 AR EIZ S 7 L Tnd,
Ez(high)E—R DAY ML i@ A L T, Ex(high)E— R D E LR AR 72, [X14.17 (c),
(d) IZIE TR X 32  Ea(high) & —R O ETREEZ 7R, ALERIRF [ D N & 2L 24K
BN 7N THREE DD 35, B hEFERIC, ZORE, #igh A4 Ak T HIREIE
—RTdhD Ex(low)E—RDOPEELIRE DZAITFRE Ao oTz, ZHUE, BRIZB N T
TRERA A ATRITTEVLEE CHAL Pl TV N2 E AR L TNDEN R D,

4.4.4()H TRO M FHE K a2 MW T, BRE RGBTk T2 Ex(high)E—F D H (X
4.18(a)) K OVIRJE (4 4.18(b)) A7~ 97, HifGah & FERIC, BESR K IR OBEIMESEIC, DMK
BN 7 R, BREEDEA LTS,

(@) = (b) Ex(high)
T = Treatment .
g 5| |
S = 90 min. % /\ e
E JL_,__/\,_/p e ‘ 90 min.
s 8 3
= w 60 min. 2 /\ 60 min.
3 30min. & A 30 min.
= J%___,M,JL = :
. Befi
: ‘ : : Be{?ergtment : : : “treatment
100 200 300 400 500 430 435 4‘110 445
Raman shift (cm™) Raman shift (cm™)
438
H’g (c) > (d)
>
S % B 100 &
E ) ®
= 437 ; +
5 .. + Z 0.9 *
3 i3]
@ <=
436 ‘ ‘ ‘ - ‘ ‘ ‘ ‘
0 30 60 90 0 30 60 90

Treatment time (min.) Treatment time (min.)

417 (a) BILEVLIRE% D ZnO MR DT~ 227 ML GEICALFERER 30 min., 60 min.,
90 min.), (b) Ez(high)E—RDT~vLAXINLVOIEKEK,  EITAERREFIC 95
Ex(high) E—RD(c)E &L O (d)7~ > BELiRE
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N
w
~

436}

Raman shift (cm™)

0.000

0005 0.010
xinZnO,

=
o

o
©

Intensity (relative)

0.00

0.01
xinZnO,

418 ZnO ¥y RIZEITH(a) Ex(high)T—FDE K O, (b) T~ BELIRE -
Fie 3 K b B L DO AHES

45 BAERLBIR

B e S ROMBZ MR 3572 4.3 HH, 4.4 IHTRD = ZnO Hih fh M OBy ROFR
KaEL Ex(high)E—RDT~< 2 ATV OE IR EDOBURE R 7T 7127 vy h 4%
(131 4.19 (a),(b)) . HAE LR THBINEUL TS, BEFE K IEEOHIINE T BRI
(AR Z > 7 R L TUD, Ea(high)yE—R DI 7 M, ZnO o3 K g O FFEAT L 2

RHEE R Do
) (a) Single crystal
e Powd
5 4378 .
R,
« F \ -
4 436 é :
§
o 435¢
0.00 0.01 0.02
xinZnO,

(b)

2

=
o

o
©

Intensity (relative)

= Single crystal

Powder

;

0.00

0.01

0.02

xinZnO,

419 (a) Ex(high)E—RDJEEE KXY (b) T~ BELIREE LR K fa &L OFHE
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46 FE&BH
B L CIIOE o BVILFRIRLEE 600°C., Fy K TlE 400°C T, KEFEIAK T Zn0 & r B

B4 52T BBEXMEZEAL, B RBREDOIEFE X EE2 ALY, E o BB o
FENNZ F L ClA SR R B B0 I35 2 L feiB L7z,

EILAVLEL 72 ZnO My RO BR(LAITO L. RO A XRD KUK 724 1 E 4.
Eo(high)E—R DT~ U AT L OPEEDE TTAABERT OB IR HZ LR T E Tz, Zhud
RICALERIZ IO A U2 B R BN IR LI LY | IR CTHD RSNAHZEZRL TV,

WESEA A DIRENCBIFRL T Ex(high)yT—R 2T~ #ELTHIE T 5L, Zn0O F ok
KIaOHINE ST BATIREEANC S 7 R L, BB T 222 fEB LTz, ZDIZEND,
T AT MVIE, ZnO P OMEF R EOFRIEL 8D, AR O B THD, T~ itk
% FAVNT ZnO LG fib S O A H D 32 R i B DRI R AT A e S 9~ D Z &3 SR,

T~ hriEE iV Z ZnO HOREESE K MGREIIZ LY, 4 ETEL) -7, ZnO HOmEFRE X
Bia B 0D E B RTAMG A3 FERE 8 - IR, & 221 o3 R RE T RTREL 0D, FOFREIF A A —FED
Zn0 T /A RIZBNT, B R IED AT TR~ DO BITKT T2 M AAEONLEE D
Do
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BhE BT UOREEZAVWEFEZ AU A (BaTIO;) B D

B2 3R K K st
51 ®&E

1B T/RLIZESIZ, BaTiOs Tl K ald MLCC DififxflEOFIR LE 2 b TS
D, T A AR OEESE R Ma ORI T EIIRESL S AL TR, Fi2, 7 /3 A R DR FE R A
EDINTHFIL TND, T AAADME LI E DIDNTEA T DD Z T RHZEN KD
o,

ARG TILT NSA AR 2% 52 % BaTiOs HOfEFE XM EE g7~ 7 tikx
FWTE T 22 % HiELT-, BaTiOs TR R Ma(Vo) N EL AL R IZH KT 551
REE—R (B E—R) Do E | IR IZHR T DIRET—R (BL E—R) D, #ii/s
REE—ROMBLNLZERH — R B ENL TSN TVD, Kia L TIEZORE T —R %
additional E—REMESZEICT 5, BEFE R MAICZVFT7-ICHBLL 7R B)E—N (additional &—
R) ZHIEL ., BesE K ingL additional ©—R DT~ A7 ML ORI BEZ T,

5.2 BaTiO; DT HIE
5.2.1 9V ARINML

1.1.4 THT/RLIZESIZ, BaTiO; 1T ABOs BRI~ 7 Ah A MEEE AL, IR CIEES f
(Z2FERE - PAmm) DS EigE L 70D, BEama AW AR ERBIO M5 ZERIRE PAmm O
FT7 4 ) Top 12 RU(5.1) TEDOSNDH[132, 133],

Topt = 3A1 + B1 + 4E (5.1)

ZIHDOFIRENE—RNIIT ~ U TEMEE 0D, IREIE—RA X 5.1 (Z7~97[123, 134], 8 DR
HE—RDON By E—RIFBFEAA L DRIZEHMRL TWHIEENE—R Tho,

KTATET—R DT~ TN ERB2)ITRT,

[ a 1 o
Ai(2) = a , B = [ —C ],

Ex) = , E(y) = [ e]- (5.2)
d e

L e

T ERANG, AR xx G, yy @t zz R THEME, BrE—RIEX xx @t yy &
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HTTvAEMERD, — 7, EE—RIL xRt (xR | zy @t (y2R ) TF~ o aE ke
5o DFED, AL E—RE By B—RIIASREBELE DRI T DK DS A . T~ Gt L 7
0, E E—RFIXASHEREL LD T B EEDOL S, T~ AGMEE/25,

A (1TO) A (2TO) A,(3TO)
mode mode mode

E(1TO) E(Q2TO) E(3TO) E(4TO)
mode mode mode mode

O Ba °Ti O

5.1 BaTiOs DT IRENIE—R[123]

5.22 FIRT~ itk

T N6iEI, BaTiOs B7Iv 7 A[78, 7T9]1X°[HL ABO; Bl 7 A A Mk & F52
PbTiOs { M [75-77)DEE R K e D FMIZ Tz, UL, BEEDOT~ o3 tikz vz
R MR CIIRE R K MBIZ L DT~ AT MV OBEALRN NS W28 | R K DIFIEDHE
T TEDDEEFE Ko 0 EHFHI A R ChD W7o MBS DT, ZOfRRIFIEEL
THEZNRICER LT, ¥ 5.2 [ZT~ U BELO B FHIZAT 7T 0%~ d, iz, BRI
KT~ BELOXTHS Kramers-Heisenberg-Dirac ¢ 43 # =4 X (5.3) 127~ 7,

. (m|Da|e)<m|Dp|n> <m|Dp|e>(m|Da|n)

PO T Hetm,n ) p(v,—vy,—v)—ile h(Ve=vp+v))—ile

(5.3)
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WEIZ AT 2RO RSB F — ML — B L To & (5.3) R/ hE<
R BTESLTD | TDOFREDNIEHITREL 0D, ZHELIZNREMES, HIGT~ 400
BT ZOERBNREFIAL T~ HELE O BE A RS T FIETHD,

HRf R RE HmLD
le) — AN A T T RILF—HENT
LAY— =Ntz AT g
hv; h(ve — vin) ~h(Vy — Vi)
e Y Y pem i
hkae Im)
g7 < HELE

5.2 T~ HELOEFHIF AT 7T

5.3 BaTiOs Biffah DO ER R K Kawk il
5.3.1 A%
EHX(00)ESERC B 0 BaTiOs Bk s (MTI Corporation ) 2 Fu /-, HAERAARE SR
5.1 1R,
5.1 FEBRIZH 7 BaTiOs Hifkih

Crystal Structure Tetragonal (4m): 9°C< T <130.5°C

Growth Method

Top Seeded Solution Growth

Melting point 1600°C

Density 6.02 g/cm?®

Dielectric constants £ =23700, & =135 (unclamped)
& =2400, &=60 (clamped)

Index of Refraction 515 nm 633 nm 800 nm
No 2.4921 2.4160 2.3681
Ne 2.4247 2.3630 2.3235

Transmission wavelength

0.45 ~ 6.30 um

Electro Optic Coefficients

rls=11.7%£1.9 pm/V
42 = 1920180 pm/V

M3 =112+10 pm/V

Reflectivity of SPPC
(at 0 deg. cut)

50-70 % (max: 77 %) for A =515 nm
50-80 % (max: 86.8 %) for A =633 nm
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5.3.2 BrPvasE
BaTiOs 13 A A A FF DDA A L fE B D 7 H358< [135] BE 3R RGN A RS D iz
L, LT oA TRDIND,
BaTiO; < BaTiO;_, + goz (5.4)
FKRMBEPEASNDE, VT THAHE ) B BT HREBIC/2 5720 #afgkxt
DMEL 72 B EM 53> TN D[136],
BaTiOs HIZEFR KKt E AT 572, 4.4.2 THO ZnO LFRIFRIC RTA 4% T BaTiOs
HAS AR A K FIRPHKH (N:H, = 95:5) Tl e BV | BaTiOs HOEFEERE LT, KFEIR
B ADFE B 100 scem/min EL7=,
BaTiOs + xH, — BaTiOsx + xH;0 (5.5)
I TTAVERRF 13 120 min [E7E , BLERIR & 700~900°C (Z5% i LTz, BVLELREA 2 %
HZET, RXMEEZELS T,
5.3 |EICALERFI# D BaTiOs Hiflfh D5 H AR d, Er BB ENIEY Th
ST, BETLBEAITHIE BLE AT S, OB I, BITICED AR OE IR EART Tl
JEEEDSHE NS 5726 THH[137],

i
i

Treatment temperature
Before p 900°C

treatment 700°C 800°C

1cm

o
<

v

5.3 EICEVILERET% O BaTiOs Hifh D5 H

5.3.3 S RBICLDEEST

4.3 THOD ZnO Hiffdh L[RIRRD FHE T B T ALEEIC D BaTiOs Hifial DR K I 2K
D7z, MIETAFREHLT 10 BTV, ZOYEEIEZ RO T, 534 RKIF2 FIVCEVLBLRIT#% O
HaZZ2EL, EEBd &2 R RMmEELC, X 5.4 \ZROTIEFE R RS E T
B ORRE R, BT EVLERRF OB INE LT BRSR KRR ML T D,
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0.008

$0.006

0.004

0.002

X in BaTiO
[ |

0.000} =

1 ya

Before 760 860 960

treatment o
Treatment temperature ("C)

5.4 BaTiOs B skl Dl 5 K [ & o VL ER IR FE 0 BIAR

5.3.4 BMUHERFID BaTiOs BfEdDIRMA T~ AT ML

BEM T~ 43 35 (Photon Design, NFR-800-NSD)Z VT, ZWLELRT > BaTiOs Hifk i
DT~ AT M7z T0~620 cm™ ORI E R THIE L7z, HIERFIL, B & 514.5
nm, Z'L—7 127 2400 Almm, L o ZFER 100 OGS THIE Lz, ZORESMT
DS EREIT 0.24 et FHE CTRO 7B R IITIBIT DL — P — D ARy MEITAI 1 pm,
HELI-REIREICBITHL —F—58E L 5 mW Th-ol-,

HEBLEZX 5.5 (TR, fEaa(001) 5 M AHERD z #hE 1T Ths, BaTiOs HLfE il

B hiE Yoz AR - BOELE 7=, % 7 BCELAL i CHIIE L7, fRJE7eLz(un,un)z]. ASHE

EWCELE DR EH7 1 D3FEAT [2(xx)z] . ASHEEHELC DR 7 M 23 B [E [2(xy)z] DT~ o A
JMVERIELT (X 5.6), A2 IE S5 dh BaTiOs DT~ AT ML SRR S U712 [13],
BaTiOs DZNHD AT MUV L OB S 7 o+ /AR BT UaTnc#fESnzb o
LI —ET D, R EESRNEE | Ay By, E E—RBNAIESND, fWEELEDS z2(xx)z DFE Ay
E—RE B BE—RBHESI, ET—RNITHESN2, WIEALEDS 2(Xy)z DK E E—R DA
DHESND, ZAUTAST LAY 5.2 HTRLIET~ U EPFHNIES THIEIZ DB SN
WHZEZRL TS,

CITTROEERZEF, WAL DEE, 305 emt AT D AT MLE, By E—RE E(3TO)
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E—RDLODAXTINVNELSTWDLN, REHIEL T 5L, BiE—RE EGTO)E—R% 5>
BECX5, ZHUCEY, EGBTO)E—RE Bl E—ROE—IE%E EMEIZRODHIENTED, Bl

B [z0) 2] 1IN T A(1TO). Ay(2TO). Br. Ai(3TO)E—R DT~ B —21%, ZHEhH 145,
260, 305, 510 cmt TELHIEILS, Bl [z(xy)z]l2334 T, E(2TO). E(3TO). L0 E(4TO)E
—ROF~ B —2%, 2 180, 307 33500 485 cmrt IS BLIS LD,

Incident beam

Scattering beam

A . .
polarization p0|2FlZ(6:1£t(l)00n)
«—1 > &~
/' €=(010)
X V|
y v
BaTiO, single crystal
5.5 BaTiO; HEikih 7~ lE DY hl &
£
>
o
S
> A(2TO) B,
G z(un,un)z
% A (1TO) A (3T0)
= = (3T0) Z(xx)z
Sally E(4TO) X5
L L 1 : - z(xy)z
200 300 400 500 600

Raman shift (cm'l)

5.6 BaTiOs; HifEsDIRIET~ o AT ML
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535 BhiEEREEZER THAIRELLTIv VATV

800°C Tt JL AL L 7= BaTiOs ki DT~ A~ U ML % | ik i = 488.0, 514.5, 568.2,
647.1 nm, ffYEELE [2(xx)z] CHIE L= (X 5.7(a)), B HE Bl LD AT LD R &R 01X
FOIIRN, BEFRAT L DIRBEYD B D72% BL 7 4 /B —RITHE T 57~ B —2713X 5.6
TRLZEIIT 305 em? (3Tl A3 2575, e BVLELRTD BaTiOs (ZE~ T, AR
Nz 7R Tz, B — BRI, BaTiOs IZERFE R E A LT=7 4/ v 5y S e
(2720 By 74/ B — R OAR P EAN iR 3 Kl B2k 3% additional E—R23HBL$5L T
SN TS, 305 em fHE DT~ B — 7 DRI ~D T 7 ML, B 7+ /B — R DK
BB NT D EEZBND, 20 305 ecm?t (FTICRAET DT v AT MU R
568.2 nm |Z35V VT, LD fhEE i Rl Eb TR Bl Z o 7 L T v,

additional ‘E—K& By 74/ —RiE, o TWA728, T~ AT ML ik &1L T
rBfEL7=(1X 5.7(b)), ZOKF, additional &—R D% 302 cm IZEDE B W 4T 470
o=, K 5.7(c) (2B K I12XS additional &—R DT~ #EL#RE A<, additional
T—FOT~HELRE L, B R 568.2 nm D, fix KERD,

BaTiOs DEEHE K faD TRV —HWENLITT A MLI Ry B A(PL)HIENS, 2.23 eV (557
nm)[138], 2.2 eV (563.6 nm)[139]& ALEEL HIL TS, 5.2 ISR T LIS, ZOREFE K Iao /N
YREBT DR DONEAGF T DL, HIBZNRICIY, ZDOEFEBICIHET R DT~
UBELERE LR T D, TNEEIEIGT ~ U BELEFES, R KD R /¥ —HEfL L
e~ =1L —2.18 eV (568.2 nm) TtV MEZ TS, K THORIEOLE I EMIOJih
ftEied, ZORERMOFISIZE DT~ LA RTINS T~ L BELE RS, ZORTH]
HIGSRMATOH LR E DI RAELI, T~ U BELDEOE KRR NS,

LLE7s5 | b i 5 568.2 nm (2330 T additional &—R DT~ > BELIREE A3 K L7-FR
I, B R MAIZH k9% additional —R725, BhELLE (% & 568.2 nm) LB A L2 L7c/zd &
Ezbhd,
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@ ﬁfgéteiona:l B, mode (b)

A(2TO)

—~ | A@TO) —
2 2
= A,(3TO) =
o o
> = 647.1 nm
-(7) .-‘(%J
§ 647.1nm S
< =
- 568.2 nm
568.2 nm
514.5 nm
514.5 nm
, , . 1488.0nm . . 488.0 nm
200 400 600 300 305 310
Raman shift (cm™) Raman shift (cm™)
S
s ,1(C)
1.4t -
<
c
=
E
2 12}
Y
o
o
L
< 19l
3 L0 W o n
[¢B]
o

4880 5145  568.2  647.1
Excitaton wavelength (nm)

5.7 i EAZE % 72 BaTiOs G sa DR T~V ATV (a) T~V AT VAR,
(b) 305 cm f(FIE DT~ ATV (€) A TCEVLERIREEIZ351F 5 additional & —
RO~ WELRE
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5.3.6 LIBT~vUDIIEICLD BaTiOs Bikh & OEESR K MaFEAff

SEISZD RGO AL, BEFE K BGIZHI K92 additonal & —R2METRINDEH 2 HILDHhEL
£ 568.2 nm T JLALEL A% O BaTiOs Hifk b DI 67~ v A7 MV EIE LT (X 5.8 (a)).
RIELEIE Br B —RDART ML ZERIICEUF TED[z(xx)z2]E LT, X 5.8 (b) (T~ d 89
12,305 cm™ fHEDT~ B —271%, B BLERIR L D _F A LIRS 7 5,
DOFIRIE, BeF R MEICED B B—R XK g% additional ©—R23ET, By E—R 2358
THEDEEZZHND, 20 305 cm fHE DT~ v — 7% #hffiE AL C additional £—R& By
T—RIZHBELT-, X 5.8 (b) T DOFRERS additional E—R DT~ AT ML HHRED B E—
RDT~< o ATV T D, 18 JLAMLELIR FE O A 3L Z additional &— RO 7~ BELIREE
IS5 —45, By BRI R A A DIRED I ZPARL TN DT80 T~ L HIUGEL TR 1305
DI D, T AT VR IRRE A L TR T2 additional £ —R DT~ LR FE LR T
RUER EE DRAFR A X 5.8 ()17,

E5IZ, 5.3.3 (X 5.4) T RLIEL - 7R CALEEL 72 BaTiO; g K il X 5.8 (¢) TR
7z additional & —R DT~ HELTREE OFHEIA X 5.9 (7§, W58 K [ & & additional £ —
RODZ~ HELIREE 2 LB BEER IS D 2 L0303 D, ZUZ LD | additional &—RE BaTiOs
DR R B DOFEIEL L TR TEDIEN 973D, £z, BaTiOs T OfEE K a3 E T
HDH, Alal, FET~ 5y eiE%E VT additional & —R O (LA HIE T&ET-,
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A(2TO a .-
R e, @ additional B, (b)
A,(1TO) Treatment
temperature
< Treatment o M?\pﬂd% 900 °C
= temperature S [ T
i =
< e Bl e
2 > —1800°C
) - —
5 800 °C =
= g
- ——— 700 °C
700 °C /
Before Before
L L treatment h L treatment
200 400 300 305 310
Raman shift (cm™) Raman shift (cm”)
0.06} (C)
2 n
8 004}
L
2 o002} e |
S > |
£ .
= o000fm”
Before 700 800 900

treatment

Treatment temperature (°C)

5.8 BaTiOs; Hifdh Dz(xx)zlw Ve, T~ ATV @) T~V AT MLV 2{K]
(b) 305 cm fFIL DT~ ATV (¢) KiRICAMLERIRFEIZF51T 5 additional & —
ROT~ LR E
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S 0.06}

b [ ]

S 0.04} T

> el

= 0.02| o7 m

s | o~

=o00t ®°
0.000 0.005 0.010

X in BaTiO,

5.9 BaTiOs Hififhic ki Dles K e additional & —R D7~ HELIRE O BEfR

5.4 BaTiOs ¥y R DR K FasFAf
5.4.1 3k}

FUBHIR AR GMLEE : Ba/Ti = 1.001, FUbLFH) 2 vz, ZOF K% XRD THR72LZA,
PR EAHE (BaCOs) 3 & £ TV, [RIEHE (BaCOs) & 254472 |, & T BVILER DO RITIZ, RTA
WA VT, KEFEHZ T T, 1200°C, 120 min ZWULELL 72[140], XRD JHIE D HENLEL# |
BaCO; N RESIN TV DD MEREIT-(1X 5.10(8)), F7-. ZNLEEE 002/200 HEAS S EEL . &
s PES B2 o TWNDZ L3 ERB S L7 (1X] 5.10(b)),

113



o o —
~1@® g 2 378 g
% 5‘ — 8 ~ -
g < S
S
P
2
S After thermal
[ . .
= \llBaC o, treatment in air
S Vo
Before thermal
. , , , treatment in air
10 20 30 40 50 60
26 (deg.)
o
= | (b) ~ S
= g
)
e
L
P
% After thermal
= treatment in air
= BaCO,
3 \ll Before thermal
treatment in air
42 44 46 48
26 (deg.)

5.10 BaTiO; ¥yK?® BaCOs; FRZERI#% D XRD AXTRL, (8) AXTRLD KK,

(b) 45° (F3F DHEKIK ARV SFNE BaCOs 0 XRD A~/ kL

5.4.2 BEILESOE

BaTiOs ¥y R H ICHETE K %8 A9~ 57-8  BaTiOs Hifk i E[AIERIC RTA Sz FVWCKHE
FXFH A (N:H, = 95:5, Ji & 100 sccm/min) CiESLEVLEEZFT\ ), BaTiOs F OB ZFREL
7o, BULERIREA B2 52T BBEXMEEZZ(LIE T, HERBOTITHRE A, &

TTELFRIR BE 700~900°C, ALFERERE] 120 min. O Tl T BVLWEL A4 T~ 7,
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5.11 (iR S EVLERFI 1% O BaTiOs My KON FEEH A7~ T, IEICALBRATIL A A THHH,
EITALER A1 TH L BB AL,

{?5 ol ¥ _:.‘_’ / A‘.\
v 5mm
Before Treatment temperature —
treatment 700°C 800°C 900°C

5.11 BaTiOs ¥y KDiE jr BVILER R # D F 5 E

5.4.3 XRD #IE

5.12 (2R ST ELERRT# O BaTiOs ¥y KD XRD A~ LA R, e LB E| 14 TA
IIVDIERIZIRESE LT, BV LD BRI R IV o T, o B EROE
b BoheinoTz,
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g Treatment
S temperature
I 900 °C
Py
@ 800 °C
Q
= 700 °C
S Before
— [ o Vo’ W’ e’ W WM treatment
10 20 30 40 50 60

20 (deg.)

‘ o
= | (b) g S
S ‘ Treatment

i temperature
=2
S 900 °C
2
[z 800 °C
L
= 700 °C
8) Before
— P s e tregtment
440 445 450 455 46.0 46.5

260 (deg.)

5.12 BaTiO3 ¥y KD XRD A~27hL, (a) A~ZRVDEKKA ., (b) 45° fF D3k KX

5.44 BEBOHTICIOFE

ZnO MR L[FIERIZ, IZ T BVLERIZ 20 BaTiOs iy AR T AE U ig R K e &4 FFiR{kicLs
EEHINEND RS -7, BITFEL7- BaTiOs ¥y R&E KK T CHEMLT5E, BTl
PR AU TR IBICIEFR SR D,
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BaTiO3_, + 0, — BaTiO; (5.6)
BN Ry AT 45 (BRUKER WS003 system)Z T 3 oALELL 7= BaTiOs ¥y K& 28 ¢
iR D 1200°C ECTEVAHE (FFER(L) L2an3n | H &N &2 HE Uiz, H IR E I
10°C/min.EL 7=,
5.13 (T, B\E BEIE L RAh o 7o iR R KGR 2 R d, EIT LB OB & L2k
FRMEEPSIEINL TV e, [RICAABRE T . B S IR K @& K&V DI Zno
D& LIRERIZ, BIRO T S B O RS R EGZTLING WD EEZ BN,

@
0.04+ L7
o o
= Rl
n 0.02+ e
= e
> . / 7
000r@® | | |
Before 700 800 900
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5.13 ByRIZI T HIEHE K Ia & L iR oo BB o B £R

5.4.5 SEf&T~ ik ks BaTiOs ¥R OBR R K e

LSS E[FRRIC, BT~y 644 (Photon Design, NFR-800-NSD) % FHVN T, Tl
PRI O BaTiOs 3R DT~ o AT ML 2 G2 3G Db L I & 568 nm CHIEL T,
RIS B2 WO THAF G, 53 Hede DI L —TF 4715 1800 A/mm, xtL o XD
SR A0 %, PERFR 100 s DG TRIE LT, ZOWE S TOWRE S FREI 0.3 em, FHE
ERD BRI DL — — DRy MR 2 um THD,

5.14(a) |2, BEICABRRTHZ DT~ L AT MV ERT, Hifhfh LRI, B o URi% T
AT VORI R E LT, BULELIC 32 BAI RS e o 72, TE(FEHIE CTh
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HDT, A, Bi, EET—RAEHIEND, A(2TO), Bi+EBTO), Ai(3TO)E—RIZZNZH 206,
305, 510 cm™ (2@ SIS, R EHIE TH DT, 305 em (DA ML B £ —R
727 EGBTO)E—RbEEN TS, B D xy WICHIENH/3735E 80 E T—RIX
SREE DN/ NSV T E(2TO), E(ATO)E—R DT~ A7 MU BAREIC R H Sk A2 o 12,

305 cm M fFL DT~ B —2 ([X]5.14(b)) 1 X, iE LAV O _F A SR ERliC 7
N5, ZOJRKIE, B E R BB — R XK RIZ additional E—R234 L, BiE—
RS 5728Th D, 20D 305 em* (L DT~ B —2 % it & L C additional £—R &
Bi+E(3TO)E—NRIZ/rHEL 72, X 5.14(b) T DFR#EAY additional E—RDT~ ATV K
#D3 Bi+E(BTO)E—R DT L AT ML ThD, Mk AL TRz additional €—FDF~
> BRELAR L3R T VR O BIfR A X 5.14(c) IR T

SHIT, X 5.13 TEVE B0 A - 728 St L 7= BaTiOs Iy K Ol R K gL,
additional “&—R D7~ HELIREE OB A X 5.15 (" d, BE K [fa &L additional =—R D
T~ BELBRE D BIRILRIZH DL 03D, ZAUTKY, additional E—Ri% BaTiOs B3k
HOMEFR R EOIREEL TR TELZ LN 3D,
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5.3 If, 5.4 IA TR 7=, BaTiOs HfL il K Oy R DOlEF# K &2 xt 95 additional £—R
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B A CIRE ST AVMLERIEEE 700, 800, 900°C T, 120 47fH. /KFEFRPHSH T BaTiOs i

TR T 58T, B RMA T AL, HEZE(LADREHE Kk EZ RATLY, Bl
PRYRBE OB EL B LTl K B AN NI 2 2L 2 R L7,

BaTiOs IR RN AEL DL, ek K bakd K3 2 4RE) & — R (additional E—R)723HHL
THOEMEFR LT, i H4 T additional E—RDT7~ U ATV EBERTHZ LT,
W Ne AR IV OEALERTE T DT LT LTz, T, B R a i B &b D E &)
(R FEB Y, additional E—R & BaTiOs N DERF K fa &IAHRED B HZ L2 LT=, ZOfE R
I0., B KA BIFR T2 additional E—RDOIREDOE(LEN, R K MROIREL2D, T
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A3 b FTRE CdHEHE 2 D
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BOE ATE

6.1 AHFZEDORRYE
AWTRIT . T~ eiEZE T B b i b ORE 1 K VR [ O 22 i - ICHE =452 L
ZHHEL Tz, LA TS, AWFZED BARKIZ2 3 > DRF 5264 Dflima it D,

6.1.1 AESBRET SV IREZRANWTEFZ BN B (PD(Zry Tiix)0s) D

(e ]

HREICIHT, T L VT Ph(Zry, Titx)Os DR LB Z TG 957012 #&
B D il R EEL A OBV M KD 3 D [ & DEFEVNIHE H LT, dRERLM T N R72iiE, 7
<~ UIRIRAIED T~ B ELRE N BB 2 ENER B TAEEND, 22T AREOMREA
F£O ZBIHASE T, Pb(Zry, Titx)Os D BRI T — R DT~ L HUELIREE DZEAb A FHM L 72,

{001}HAL M TITIE 7 db & ZE i AR fi L ASDE DR IEA L O = 0°,90° THIRENE—RDF
~ L HCELR FE 2SR, AR/ IMEZ B D DIk LT {11 L A CUEIE 7 fh & ZE iR il 12 4
REIE—ROT7~ L BELIRE SRR, 80 MEZ D 0 DIEA0°,90°0 57 115, i, &
il b, D EOVEAE TRBIOMIE ANE R D xyz FEAE L SPAT TN Z &Il KT 5,

{001} ANZ BV TIEF b L E IR RA LI T 2L IEFRIZAE—REEE—RDT v
BUELIREE DS ASTHEOIRIEA B 0 1256t U TS R 95, E UKL CZEmE RS Tl 1l
LD % X BilCEDE, AL E—RE EE—ROT~ U BELIRE S NS DR IE A4 EE 0
WL CRINARE 72D, ZDZED 0 XRD T{O01 AL [ LHE R H Sk AUIE ., A BESRT~ 43
ELVIETT fhEZE MR OF RIS FTRE TH D, {11 AN I TIET7 dh & Z8 1 A i 2 FLs
THE AFHORHAEO [T HFARENT—ROT~ U HELREOE(IL, E sz
FREE CRIUZE (b Z R Uz, ZOZEMNE, {LIHR AW TIE. AFHEOR G4 FE % (Al
SELFIETIIXIPHLL S B ORETH D,

7~ UHUELERE DM E MBI, T~ S RAILVF R L 727~ U BELIR B O SRR fE L1 EE —
UGB T,

FEBRDOREIF AL A Tl e <MD BLIAI 23 F FALTWADIENZ WO T, EBHERL M LLA DR ]
WT L ART NN G2 D Bh BT HNERHDH, T, (001)ESChLR O IE S MmicE
(T H(L00)EL (i DFZEEL | (L1 EESERL M D ZE TR S IZ 31T D (1) Bl m D B E B 53T,
(001)/(100) B 11 D TE 7 f 1233 T, (L00)EL[IZ LD AS DA O (kT 5T~
BELIREE DO ZEALITEW T BB 72, ZHUX(001)AL A (c KAL), (L00)El Al (a KA )3k
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2 A OIRIEA FE O (kL CRICA R A R 72D Th D, DFED, {001} LA 1F F
Bt PO(Zry, Ti1x)Os (2T ale RAL AT, WG EE O (63 57~ BUELIRE D2 v ot
FBEH 2720,

(111)/ (MIDEL A OZEEAREIZB W T, (LD E AL AL E—RIZIT 2L 5 2 700, — 5,
E E—RIZA1DE R OFIEG OZEACITHE K M Ml E LD A ORI E 0 DEH
AT HZEDHIA L, 2T A A E (IR AN BT HRIE R D xyz BEEEIZ BT 54y
RO [ Z DEFEWIZH RS2,

6.1.2 BT~ BRIV L EESR (ZnO) H DEESR K KaFHAfl

FATIZBWT, BRRAA L DOIREIE—RIZHE AL, Bild &K RO Zn0 H1 dfesE K
EAFHmL7Z,

BEITLEVLEEZITVY ZnO TR KAz E AL (Zn0wy), MR KIMMEDORIEEZITHIZLET,
HREIN I x=0~0.022, B3R IZ x=0~0.012 OELFHE K MHAE AN CEX /=22 R LT, ZOHE,
Wik SEA AN SR HIRENE — 1 (Ex(high)) DT~ o A~ LIS EERSE K M B el L TRk
1 em MR EMANZ S 7 b, REI 10 %A T 200 STz, Zhud, BEFR K MalZ LK 5
DR FIRE O ZAGIZK Db D EE 2 HL, R KR EBRFR AL NZH R TS Ex(high)ET—F
DT ATV D EBEMBAE A OMNI T 2N TE, SO END,
Ex(high)E—RZHIET 2L T ZnO FOMEFR R faEZ RIEHDZENTELEE R D,

6.1.3 HIETvrpRIEERAW=T Z BNV A (BaTiOs) H OEESE K MaFEAf

FSEICEWNT, BERDOKRMUENIZE B L., Bk X O RO BaTiOs 11 Dlg R K &4
AL 7,

RICEMLEE ATV BaTiOs FIZEE B KA 8 AL (BaTiOsx). FER KB EDHEEITIZE
T, HEAGIC x = 0~0.008, B3FKIZ x = 0~0.04 DEEFE K fHAE AN CE-Z e AL, 3t
IS CH DR L — —i & 568.2 nm (2454 T BaTiOs 1 OEe & KKl K457+ /2
£ —NR(additional mode) DI KZFERLTZ, ZDT~ 1 T— RO E TR FE KRG EO I
Bl 52D R T, BER R MR R MBI K 55— ROMELZLNCT 528
P TET=, 5D AHEEA G, additional mode %I E 352 L C BaTiO; HH DOEEE K a2
HLHZENTEDLEE D,
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6.2 SHROEE

Pb(Zry, Ti1x)Os) M DA & FEAMIZ 33Tl {11 EL R O di sk OHIBIASFREEE L THRD |
{L11}EL A O it R OH B FIEDOFENL AN E FND, —J7, {001HAL A1 D &SR OB A vl HE & 78
V. XRD TIEZHEEL Y MPB W5 D f R OB ATREL 72 D8 E 2 D,

Zn0 DOEEFE KD E BRI ARVITHOI TR, T~y IaiEE IV CRIEEL /2D
Ty B DO IRk - JERE . 22 M A FERE L WS T RILR A AL T, T A A — RN
YABZLWSTZT SAASDIS A A RETHHEB 2 5,

BaTiOs (2B Tix, MLCC ~DIHfEE 2 5L, Bl s TS5 4072 additional mode 07 4
TEHBEXRMEEZYYE L7 TEHEE S THLEEE XV, Kt cHLk
additional mode DFEEIIRTIILIBICEDHDEE 2 B, HIEHE SAIZEB W TIE additional
mode DELWRED EHBHLETEIND, ZDT2, 5% O AR EOIEIZLDT
~AEEATV, HIEHIG R CTORENHEND,

124
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FERFEEL THE XL, BRKE#HOBZRLET,

B R ERGEIE TR B 22 RN, B SCREICH TN O, ZhE%
LCIRE ELT, REHFLHL B g,

FOR THERF: SHEE BRIV o TV L TR E L, Fio, Wi CRESFER T
RNZHTD, ZOTHHH, TS ETHSEL, RIBHHELET,

FERFEONBTEAERSRIZIL, BAEESITNEICET2HEDOHR2LF HHRICEAL T
SOBEZRTEEEL, TREHTTDLEBIT, BILHL LT ET,

Bt R A REA B L I ACHT BB 21213 BaTiOs iy R Dtz U CTHE £ L7z, A
RN BRI BE B OHTHE L OARA X SRRl E e B LU CTHEEL, /N2 H—R
AEAICITEF R LU TIHE EL L, Z2ICRILHL ETET,

—IRMENENT 7 A BTy 7 A0 2 — ORGSR RIS — R EE RIS T 228 E %
THEEL, BILHL BITET,

X, BICLWH | ZHREZ F ST RERGR(E TR O AET IO IRIEH O T 2L LE
R
P HAFEE DA Th T S A, AR RS A GRS A, RS A, OB O H
IETESAAZITREREM DT ke bV ELTZ, DIVEHEL £,

BABITRDELTN [ HERER AR O BL B EMEAR TG 2 2 TSI IR IS D IV IEE - L &
+
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