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(57) Abstract: [Problem] To provide a ferroelectric thin film having excel-
lent electrical characteristics, and a method for producing the ferroelectric
thin film. [Solution] A first heat treatment (drying process) is implemented in
step S6. A potassium sodium niobate precursor solution, which has been ap-
plied on a lower electrode, is heated up at a rate of temperature increase of at
least 100°C/minute using a hot plate that has been pre-heated to a temperat-
ure of 350°C, and dried for three minutes. Next, a second heat treatment
(baking process) is implemented in step S7. The dried potassium sodium
niobate precursor tilm is heated up to 350°C at a rate of temperature increase
of at least 100°C/minute using a heated hot plate. The potassium sodium
niobate precursor film is then heated up at a rate of temperature increase of
not more than 15°C/minute within a temperature range of 350°C to 700°C,
and baked for 10 minutes at 700°C. A potassium sodium niobate layer is thus
formed. The thickness of the potassium sodium niobate layer formed in a
single application of the abovementioned step is 100 nm or less.

G EH: [RE] BLEBERRHEZEI0HMFEREER &
VZDREHRZEERHET S, [BRFHR] ATvTS6T,

F—ENE (RNE) NRITIND, FTHEMLIZERS
NE==ZATEHYDLF YD LREBEKBTES, $H35
O COREICMEBINI-FRY FTL—FERAWVT, FREE
M100C/AUETHRESIN, SHHEBIND, RIC,
ATy TS7T, BE_HNE (RELE) NETSND, B
BINT==ATENY) DLF YD LFIERKEN, MBIN
fziRhy hFL—FRERAWT, 350°CET, 100°C/HL
LtOREEETHREIND, TR, —FTHHY I LT+
1) LRIERAIEIL., 350°C~7 00 CHEELHEIZHL
T, 15C/RUTOFRERETHF RSN, 700CORE
T1O0RMEMENE, COSLT, A TBAVDILF Y

A THBAVILF MY DLEDEHIE, 100nmkl



WO 2012/141104 A1 WK 00T 0 00 A

BT ABELE:
— EBRRERE (FHF 21 %0)



WO 2012/141104 1 PCT/JP2012/059560

[0001]

[0002]

[0003]

[0004]

B &
READEN : BHEERERS LT TORERE
s 3y o
FHEBE., EEFEERTALICAVONSRFEFERES L UTORE

HEICET %,
BRI

EEKIE, BE. 7I/FaI—49vtoHHOBEMETFRROMBE L
TIRIEKHMAINTWS, ThHDORRICAVWONIEERMBE LT, P
ZTERINDEZ—H/KXPDb (Zr, Ti) O;TRERINZROT A MR
MEBBERMAL. EICAVLNTWS, &3P, PZTIRR, BERPb (
) ZEATVWSEEH., BAREDFRELIFE LI QAVWMETH S,

ZIT. BT BARIEBAEEFRMBOMBRARENSFRICITONATWS,
ZDIMESHMBOFD—2A, KNNEFRINZ—BX (K, Na) N
b O, THRARINDIROTRAAA MNUIBFESEARMRTHS, KNN (=4 TE
AVDLFRN)DL) IF. PZTICRMY 2EEREZRT O, FBITE
BInTWs, —A78A) 7L+ M)A (KNN) EEIZ, RE. AN
vA)UTE NILAL—Y—i#iE (pulse laser depos
ition; PLD) &% {t=Ba®i#E (chemical soluti
on deposition;CSD) EQREDELDAEETHERNEHAD
nTWwW3, FIZ, {LZ2ARMHEE (CSD) Fi&. A TBAYVILFN)Y
L (KNN) BEABRZFIERTESH. LLAVLLRTWS,

BIZIE, FEEFCER 1113, (L BR#E (CSD) HEICL2=FTHAH Y
DLF KUY L (KNN) BROBEERFENMMERINTWVWS, K/Na /N
b=0. 55 /70. 55 /1 DEBHKICHET DN VLI N FIRES
MYDLAIRNFYRERVATIRNFIZATEN, ITH/—ILE2—-XF
VIV —INEDFEEEREGBREDRTREEING, REIhEBRIE. 12
S5CTORBERINDI&ICE > T, RIBMEARE A2, I 5IC, RIBKME



WO 2012/141104 2 PCT/JP2012/059560

[0005]

[0006]

[0007]

[0008]

BRI, B4 ICRT DI, TEHEHR2 4 2% TAEKR2 20RALICRE
YaA— 2% (B%&%H: 2000 rpm) IhiEk 420CTI1 ONMER
BIND, ZORBRAROEHS LUEZIRTRIE. FAERKRYRIND
o TN, LEEMR2 8 DRIFFHKARNSERHEIN, 650CT1 OMEBENK
Ind, THLT ZATHAVILFRN) DL (KNN) FE26%F1L
EERERRZT 2 OMEHRI N5,

FoAT R >R

R SRR

HEErEtl B2 009—-1036 7808

FEAOBE

FEANERL LD &I 255E

LA L. ERDOEERBHERE (CSD) ik, EREO-A4TBHY VL
FhUDTL (KNN) BEREZEKRTZ2IEEZTEIRDN >, BIZAIE, FEFHX
R E, BIRMAARBRAS L URBETIRZEET20E#YRLERIC. 65
OCTI1 OB LT=4TBAY VLFN)TLEER2 6 2K L TW
%, COLIICENATIOEENEWNGE. BRLUERIC, KeENad, =4
TBA)ILFTN)DLBE2 6RICH—IZDHELABAVWEWVWI REELNH S
o DEY, ZATHBAVILFTN)ULEE2 6 DLERICIEN aBEIE2 6
atFERIN, FERICIIKBREEB2 6 bAERINGWL, TDLIARK, N
aDAE—RPHIRETDE, —FTBAYVLFN) ILEIR2 61T
EOBEEZEHNMLERD) —JVERDPBBICKELLARY, —ZFTBAY) 7 LA
FRIDLER2 6 DEFERFENMET I 2RAE 15,

TR XIS, ARBEOEMIE. BhizESEM. BIC. V-0 ERBENMS
S UBFERFEICBNABFERETRS L UCETOREFEZRHTD &
ThH b,

RBERRT BI-ODFE
AFBPIE, — KX (K, Na) Nb O, TRIRINDZ=AFTBAY D LF K



WO 2012/141104 3 PCT/JP2012/059560

Vo LERE, EFAREEEZRAWTHENY 2 RFEREEREORIERET
#h> T,

EERBHERAREERLICBA L CE—BUES S OEZHULEE L
TC=ATBH)IVLFNIDLBZMKT 52TR%ZE L. sisIRRZ/AED
BHEYRLTC=ATBA)VLF N)DVLEEZBELTC=4T8A) VL7
M) D LEEZFEL., BRIt TR 1B THERINSD =4 TBA )L+ )
TLEBDEHAN 100 nmlTFTHY, D, E—BNIEBOFREREN10
OC/HULETHY., EZRUBOFREREN15C/ UTTHBZ &,
AR ET D, REERNEROBERETH D,

Fro, AFEBRIE, —KKX (K, Na) Nb O, TRRINEZ =4 TBAH YD
LF )DL EFHRDEL, D, EREE 100k YV, cmOEEZEM
LD —08RN2. 5XT107A/ cmiTTHd, BFENRERTH
%,

[0009] CZT. —ATEBEAVITLFMNI)DLIK, ROTRAAA MEETHY. (
K, Na) ENbEDEILITEARMICT : 1 THIINhES, ARBDE
FAMRZEBRLHLABVEEICT, 1 : 1 (EREHL) HESANTE LU,

[0010] AT, (LFBRRUEBRABRD, ERELICBHEI IR FH0E
(Fz12038) A, 100C/ 2UEDFRERETRRICETINDS, Ihil
dU, BRINAEZICRRBTH o7, EEFRHERFRD OO
KPBIMNZ o, ERINE=ATEA) VLS N) U LERIE, 0%
BEEEIrALEL, - ERFECEFIERTEIE LT 2,

[0011] I 51T, AFKBATIE, E—BNBOKIC. FTHRLE (FRLE) . 1
S5C/AUTOREBEETRIBICETING, BERICLYERI N DKL
. EBHNERETRERRETHY., SO00CETRRICOMET 5, TOD
B, RILETERDEZMD D, BEZBUBOFRBRESREVNGE, HKIER
DORENRLSRY, ZATBA) LT MN) D LABREORAEEENEL
KBILT 5, £2ZT. BRI PRTZBETOREBEEN. 15C/ 2UTF
IKREIND I EICE > T, MBAICLIHEBRVOEENELS RY, =47



WO 2012/141104 4 PCT/JP2012/059560

[0012]

[0013]

[0014]

[0015]

[0016]

BAYD LS N)YLABROXREE SN ALY 2,

T/, ZATBEAHY) LT MN) T LIEEREEEET 5, o T, IRIC,
BERXBIDRENEWRSIE, BER LRI, KENadr=AFT8BAY VLS
MUY LBERERICH—ICT LAV, JYBGFEMICIE. =42 T8BAY VLS
M) D LEREOERICIEN aBREIBI TR IN, THICIEKBEIEATEK I
NPV, TIT, TEOBRHEDRTRICEONZ=ZATHBA) ILF )Y
LEDEHD, 100 nmlUTICEEINDGZ &ICE>T. KENadFF
—oHEMNZA o, ZATBAVTLF N DLERDY —VERFMEYE
FERFEIELT D,

FEFDRR

AFEBRICEINIE A TBAY VLFN) T LBROKXAEFE BN, ALE
n, o, ZZATEAYTLFMN)DLERGFDOK, NadRG—amA
Zbndid, Bnk) - ERBFECEZIEREEEET I -4 TEN )
DL R) D LEENMEOND,

ZOFERBAOERDOEW, TOMODERN, FEBILIVHRIE, HEZSEL
TITOUTORPZERT 27-HODOHEBOERANS—BIHLNE LS D,

|
G

154 T D fE] B2 7 B B
[ ]AFBRICKR 2 BFERZEOREAED—REHELETS 7A0—F v —
FT%%O

(218 1 ORI TE SN EEASERTOWEN TH 5,
(E3IEEHEERFOLRT S RUHRETRT 57 Th 3,
[E414E R OB T35 T8 > N EEAHERT OWEN TH 5,

5 DEREA
10 EEWNEERT
12 Hig

14 TEREWE
16 ZATBERAVILFN)DLEER
16a ZATBAVIALFRN)DILE



WO 2012/141104 5 PCT/JP2012/059560

[0017]

[0018]

[0019]

[0020]

[0021]

18 LIER
HEAARET H7-HDHRE

(ZZTBA)DLF N) D LEROSE)

B 1. AEBPICRIBFEMHEEOREFEO—EHEREEARST 70—
Fr—hTHhd, H2iF H1OBEFETHEONEZEREEELET S
EEXRERERT 1 ODBBBHITERTH S, EEFZESRT 1 0d. EHiR
12, ER1T2EICHEINZTHRER1 4, THER1 4 LICERI N
FREAEMEIR1 6. BLUV, BFEBKEET 6 LICHHMI N/ LEEE 1 8
ICTERINTWS,

Hik1 20 HIZEE 2 UaVER (S i#ER) »*RVLNhD, s, &
W1 2E H2AER BRASRER. GaAsEMR GaNEMR Ca
F B2 R, 774 7EMR MgOEMR, SrTiOEMR LaAl OEM,
ATV L RABERBEDEREZAVTE LU,

MEBEARER1 6., $4bLE, —ATBAY VLT N) UL (KNN) #E
fR1 61, LFARMEEEEZAVTERINS, RT1ICBITHRATY 7SS 1
&, BFEENRER1 6 THE2=-ATBEA)IVLSTNIDVLBERKT 5785
DERZEFETI2IRTHD, 9. H1ICRTLIIC. RTYTS 1T,
BRTHZA)ILIMFYR, FRNYDLAIMNFIR RUSIRFIZ
7. BLC, YAV EFLTEMNF D ELLTO. 57 : 0. 6
7:0. 95:0. 02&RLBEDICERBING,

RICCHTICBFERTY SS21F, LRBRHEREETIIRTHD, ¢
mhbt, A7y TS2T, EROAV VLI MNFI R, FRUYDTLINFY
K. RUYSIMNFIZFT, BLU, VAV F7EFALT7ENFIS, JO
—TRYVZADHT, 2—AMFIITH /- VBRIEEIND,

RICC BIVICBFBRTy S 3IE. A TBAY L+ MY LRIERE
EEAERI NG, b, AT v FS 3T, TDRAEBRIE. BRFH
[HFICBVWT, 125CTT1 6FAERRINDZLICEL>T, IRENO. 3
MO=ATBAY 9L+ MY A (KNN) BIBMEER (LEBARMEERS



WO 2012/141104 6 PCT/JP2012/059560

[0022]

[0023]

[0024]

[0025]

REBMINDG) &EEhb,

—hA. B1ICBIF2RT7Ty TS4E, BEiREICTHER1 4 2HMd 2T
BThHhd, bbb, A7y TS4T, THEET14H, SiHEMKRT 2L
TR MOYDCRNRYH YU TEICE > THHRING, THEET 40
MBELTE, PtAQErAVWLNE, ANy S )V TEEGIF. R/ S H
AT O0OW, /NNy HEFENL 2, BEfk1 20DEEN3I00TC, BEEED
53)torrThd, COEE, THEERI 4DEEIF. 250 nmTH
BRI,

RIS, BTICBFBRATYyFSbId. ATy F3ICEVWTERI N bZF
BACEBRARE TEHER 1 4 ICRH T 2IRETHD, b, X7y S
S5T, ZATEEL) T LT M) LRIBEERD, BIEHARICEWT,
THEB1 4 EICREYI—MEHIND, T, LEAREBRARS
BHITIEEOEIIE, BERED=ZATBEAVILFTNIITLET 6 adiE
ENTO0O0OnmUTERDEDIBEITHD, . —ATHA)ILF K
VDOLET1 6 a%zld 27HDICBEINDLERRHEERTROEREIE.
S5nmllE120 nmllTAFE LWL,

RIS, BR1ICBIF2R7Ty 7S 6T, F—HNE (FEHRVEBF/ITEIE
) #ETIDIRETHD, CDRTY SSE6THZIE—HRUBOTREIE
 FHBERENTO0C/ PLUETEITINDG, §abb. TEEE 1 4 LEIC
BRIMIN_ATENY) 7L+ N U LRIBMEERDLS. FH3 5 0CODEE
ICME&Ihizhy b FL—rE2AWVWT, EEEENA100C /DU LTHE
Ih, 350CTINERBEING, B, F—RUBOIROFERER
. 100C/SLE3000C/ SUTAFE L,

RIS, RTICBITFBRTY TS TIE, ETHNIE (ARBLIB F 7 (3B L
) 2T L. —ATBAVILFTRN)VALAEB16a%2KTHIETHD
o CDATYTSTTHHPE_RWBOTRRIE. FEEENT15C/ DUT
TREITIND, Thbb, REINAEZZTEALY VLT N T LRI KE
iF. 350C~700CHRESHE (BRICLYERINIEEIIRICH



WO 2012/141104 7 PCT/JP2012/059560

[0026]

[0027]

[0028]

[0029]

e BREES00CEZED) ITBWT, 15C/ QUTORERETH
BEIN, 700COEET1 OEBKINDG, b, EZRUWEBDOIRD
FRERE., 0. 1C/9UETS5C/ DUTHIFHLL,

ZOLT, ZFATBAVILFNITLET 6 atuRIND, HizIiE
TETHERINZ=FTBA) VLFNITLET16adDEAIE. 100n
MUTTHD, 0B, BNERTHIREIR1CITHERINE =4 T#EH Y
YLAFRYTDAEB16aDEMME. 4nmBlETOO nmlUTFAEFELL,

RIS RTICBIFBRTYyFS8IF. RFYTFSELRWLARTY TS TIC
$B2=FTEBAH)ILFN)TLET 6 aDEMREMEDERY BRI NIH
EHWEHETDIRTH D, dhbb, X7y FS8T, —Z4TWA) I LA
FRIDLET6 azld dRIEEIEN. AAERERYRINHEHLD
HEIN, FFEEICELTWARITNIE, RF Yy FSEILE->T, BU=H
THBAVILFTRN)DLET 6 azld 2RIEIENAETINDS, BT,
FRELIBICEL TWhIE, MEDIRED =4 JBA ) D LF M) D LEET
B AT I N EHITI N, ROZXTv TS IIKKITIND,

RIS, BTICBIFBRTy FS9ld, ERBRTy FICLYBEIN-=F
TBAV LT N)OLEERET 6ICEEER1 82K T 2ITRRTHD, A
Ty FSOT, LEEW1 8N, —ATHA) LT N)VLEERT 6 LIC
TR MOYDCRNRYH YU TEICE > THHRING, LEEET 8D
MRELTIE, PtRaEsrAnweng, ANy S )V T&EIF. RNy S H
AT O0OW, /NNy SEFENL 2, BEfk1 20DEEN150C, BEEED
5XYtorrTdhd, TO&E, LEHEHB1 8DEEIFE. 250 nmTH
BRI,

ZOLT, EEKRFIRRF10M1MME5N D,

AFEATIE, CEBREERBIRL, EiR1 2 LB INE B8
nIB (FiEnE) » 100C / PUEDREFRE TREICEITINDG, Z
NICEY., BRINCEZILRRIGTH >, (LFARMEERBZIRPORR
DOMKDEIMMZ SN, ERINE=ZFATBAY VLT N)DLEET 61F



WO 2012/141104 8 PCT/JP2012/059560

. ZOXRAEEENALEL, -/ EREECEFERTENE LT 2,

[0030] X5, AR TIE, BE—RUEBORIC, FEZHNE (BEHRLE) A, 1
5C/ DLUTORERE TRIBICETIND, BHI2ETZEE (500
CHHE) TOFEZREDN. 1 5C/ QUTICEREIND I EICEL>T, iz
ICFDEERDDORENESRY, —ZATBA)ILFNIVLEERET60D
=EEEENELET B,

[0031] F7/., 1CIOBERDRTRICEONDZ_FTHEAV VLS RNIDVLET 6
aDEHD, TO00nNnmlUTFICKREINDZEILE 2T, KENaDARE—
DB/ SN, ZFATEBEA) TLFMN)TLERT 6D — 7 ERFEY
MEFEHEErE LY 2,

[0032] (ZZ7T8AY) T L+ M) D LEROFEM)

KL E—BUEHS Ky N L—bE2AVWTI00C/ DULDRER
HBET, —AT8BAYTLFN) T LRIRKAREZ, RIFIC3 5 0CICNE
LT350CT3INAEELELLE BRLUEBORERENIELICEEIN
IBED, —ATBAVTLF NI DLERT 6OXRAMAI, LU, 10
OkV/ cmDPEBERICEIFTZ)—VEREEZTT, FRUBORBEEL

100C/ 9 (BAES1) . 50C/ ¢ (E8&ES2) . 30C/ & (
HEAES3) . 15C/ 2 (HRES4) . 10C/ 2 (HEHESS) . &
¢, 5C/ 2 (HANES6) THD, —ATBAVILFN)TLEET
6 DXREAY (BMEHHEIRa) (&, EERSO—-TJHEME ' NanoS
copel (BARE TIVINL-AVARMAVYHE) #AVTAELL
o 1TO00KkV,/ cmDERICEIFTZ)—VEREIF, AEREE (TL Y ~O
A—465178] (BREG. T1ALI#HHE) 2AVTHE Lk, BT
HHEIRaN4 nmlTT, 20 V—JEBRNTX105A c mLLTDIH
aiF. BRm (G) . ThUADBERARM (NG) &HIEL X,

[0033]



WO 2012/141104

[£&1]

PCT/JP2012/059560

o]
£3

£ _8nmE
DEBEE
(°c/43)

Ra {(nm)

100kV/ecmD B R
IZB8FHI—r8R
(A/em?)

G/NG¥I5E

100

BREMNBES

HETES

NG

50

BREABALD

BETES

NG

30

8.6

45x 1073

NG

15

3.2

1.1x1077

G

10

3.1

7.7%1078

G

Dl |W N -

5 3.0 57x1078
* XA FAREHE S
ARES 1 BLUCENES 20 A TBRAV VLT N)DLEERT 6D&
IS, BIRUWEBOREBEEENZEWNMGEIE, ZATBAVILF M) VLE
1 6nkmAABEL Y, XAMEINKREBETL486, EMFEHEIRa%
MEST DI ENTELN 2T, V—IERED. AEEBEOHTAUEERE
ZHBADIFEREL QY. AETDIENTERN >, T, HBESS3
D=ATBH) O LFNIDLERET 6, EMFEHHEIR a8, 6 nm
THY, V=V ERENA. 5X103A cm?ThHY, EFBICKELRETH

[0034]

27,

—Fh. ARPOHEARNTHIEHES4. ARNEBESEBIVEABES6D
—ATEA)ILFN)VLEREI6DLDIC, BTHRUEBOREREN 1
5C/ RUTDEDIFE, BMEHEIRaMN3. 2nm, 3.
3. OnmTHY, V-—VERENT. 7X10°%
A/ cm2BLU5. 7X108A cm2ThHY., FEBITNHIWNMETH >,
CD&DIC, BTEUE (BRULE) OFRBEEN 15T/ SUTEIEVS
B, BEREO=ZATBAH) DL N) D LAOKRBEILOREMESAY, &
MEHEIR aB IV -V EREIBEBZIND,

/o, HARBES 1 ~HAHNBESCO=ATBAY T LT N)ULEET 61
 IRLF—EXEESN (EDX) FEICLY, MAIICSITEZ2KENady
AL, ZORR. BRES 1 BLUCENES 202 T8HAY Y

[0035]

TnmBLY
1X107A /" cm?2, 7.

[0036]



WO 2012/141104 10 PCT/JP2012/059560

[0037]

[0038]

[0039]

AFMNYDTLEET6IE, KENaBRE—ICHH LTV, $h, ZRE
F3D=ATEA)VLFMN)VLEERTI 6, HBEST, 21ICHRT S
EWEEFRLNZITNES, KENaBPRBH—IZH LTV, — A, &F
BROEHERTHI2HNEST 4 ~ERNESODOFTEA) VLT NIV LE
fB16iE, KENasdg—IZam L Tuwi,

R21E, E—BUENS, Ky N L—bE2AVWTIO0C/ DORBEET
 ZFTBERAVDLFN) U LRIREKARZ., REIC350CICMEARLTS
50CT3nFERELEE. EZRUIBOFRBEEIEXICEREINLIGE
O, ZATEA)ILFMN)DLEERET 6OXKEAMEI, 8LU,. 100k V
S emDEBERICEITZ)—VEREETT, EZBUBOFEREIL. 10
0C/ % (HBES7). 50C/ & (EBES8) . 30C & (HHE
59)., 15C/9 (BAES10), 10C/» (HHES11) . &
U, 5C/ % (BABEST12) THD,

[%&2]
St %:@m& 1 POIfV/cm(D%?-? ‘
£= w%;ﬁﬁg Ra (nm) La%ﬁél)-—;z@;ﬁ. G/NG#|5E
(°C/43) (A/cm?)
x| 7 100 BERENBDS ETEY NG
x| 8 50 BEEA AL AETEY NG
* 9 30 ExmH RS AETEY NG
x| 10 15 9.8 25%x1072 NG
*| 11 10 94 8.7x1078 NG
x| 12 5 9.0 6.2x1073 NG
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