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Study on SrTiOx dielectric thin films fabricated by mist CVD
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Material £, EBG(eV) | Material £, EBG(eV)
Si - 1.1 SrO 15 5.4
Sio, 3.9 9 Tio, 80 3.5
SisN, 5.3 SrTiO, 2000 3.2
Al 0, 8.8 Zr0, 25 5.8
10!
. Film thickness=200nm TUSr=112 200 o
10% Ts=300C
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102F { 150 L
104 -
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Dielectnc constant

Current density{ A/cm?)
=
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ot

212 774 rFyxe (FC) ABUh

ARFETIET 7 A4 o F ¥ 10 (FC) WS & FEHTN D Rk 72 RO 2 W T 5, RUSF
N D EER DR IE S TN D EBTREE ST S VTR Y . B TR DL ikt
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32 EAEFIMEL (SEM)

A TE 7 IAMSE (Scanning Electron Microscope) & 1d, HUREE CRIGO %2 —SIZHER S
DL, BEFLVUVATEFE—LEMIMRICERL, ZOARy hE—LE T o —T L
L CalBHZ HEEDL LT, BB BHERET1 OB AT 2BMETH 5,

BT RTESNTEZERNLREHIAT T 2EFOZ LIT—KEF. TO—RET
RREHIAST LEB R OB F 2 72 7o & H L RSB B I S5 E I ZIRET &
FEIXI TV D, 72 & 2038k kV T S 7z —RE LB ISR pm 1 ERAT D03,
A& S ZREF A E 7RO ZREF 2 0 & H LS AIZ B 2 b =22 iR
IND, ZORRBICINE S TEAERIIHE Sz ZREFITEAGEO 10 nm F2E
DL ENWREENPOROH LIS DTH D, [M3-3 D L5 IEHREHI —RE 2 EE
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D ZIREFREWI DI /L, % KRBT RS & 9 23 B EREEC RS LT o 72
Eitﬂi%ﬁ@@ﬂﬁﬁimﬁﬂﬂ‘é WZONTENHNNT 5, B OB ERE LI Shzs
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L. ZOEEFRIZE S TSEM GO T 2 MBI E 5B,
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3.3 = RAF—SHOM X AL (EDS)

TRV — S HOM X 5 HTE  (Enegy Dispersive X-ray Spectrometer, EDS, EDS) & (X7

TR LA LT X RO =RV X =D W E 2T 5 R 215907
FETH D,

JRFICEFRAE BT 2 &, &R THERT 2P0E) b EFNRFINIE S D, —
IF. ZENL & T o TG B OE TN O E MR GBRE) S, ZORFETHAE LTV
NETRIVX—NFNRDHOT, ZOME/Z2T R NLX—R X e ThrHENs, Zhx
Rt X B E RS, =R X —DEMZETITRIZL D B> TnH e, Rtk X o= x L
%—@k%éﬁ%mﬁ@@%%%mﬁé ENHIKD, X34 DXHITETDZEMD K ik
IZAE U256, 2 ORME X BT KR XN D, [FERIC L D2 tl?éx%%L
ﬁ\Mu®£ﬂ ZHERT D XBRE ML, o EOBOE %ﬂwu;ﬁﬁéMt
E 0 XA MVERAR D | KERDOZENE 1 DIMAOGE LI FET HEICL - T
i S8 Koy 2 DIMUIOHE M 3\ FET 5 ;ofﬁﬁéhk —mﬁE
bK<mW1Xﬁ2&7hw%%6:kkﬁéo;h%®$%%%®%4i%h%h®%f
X BROFEABRE &R 92 127 HB,

®

X 3-4 ,Cu (§f) DFEAETMIEIT D K X R A4B3]

A O SR TIE 30 mm A OFAIZIEEK L7- STO L TIZH 7 DK 3-5 12737 5
*F L 2000 5D SEM & HufG Lz, X 3-6 12 1 DY 7 iz TLSW%@%LKW%T
T, Fo, K358 T SRS LENENZ O T 3 AT (K 3-7(a) & 15 58129
wrmm%ﬁ%ﬁw\%M6®¥wﬁ%%/7w®ﬁmwkbtoit%/7wmﬁ%ﬁ
B DHHTRIA 1 DI L 3 BT > (K 3-7(b)) EDS 24T\ O 2/t & LTz,
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Mist flow direction

3-5 3mm IR LIV o 7 k45 SEM, EDS Z#IET 5 5 BAT

3-6 1 KDY T b 5 5 SEM 4 2 HIE L7-3

[(13-7(a) 1% L3HPTEDSHIE 21T 9 B [XI3-7(b) ki 112 5% L34 FRrEDSHIE 21T 9 i
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HAE EIMHRIRAFNCVD ZHANWETFZUBBR T AHEE

DIER

4.1 FEFEEAE A STO HEEOER (201115)

13 HIIRT LI, ARy Z U > 7 CIERL L 72 STO #EEITALER L Ti/Sr 23 1.2 Th o7
EXITHERMERRKE <M ELTWA Z EnHEIhTVWD, ZheiiEx, I AN CVD
D TiPRE SPRD c.g. Wk T A) EtbZ2Z S E, BENO Ti & Sr OFLAEE Ti/Sr 73 & D
IO ET oD E LT,

RIS % 52 4-1 \OR T, SR DOREIZIZA b e o F U AT 2F AT % b — b (Sr(acac),)
Z. TiROBWEIZIZTF ¥ o7 v F AT FF— b (TiO(acac),) %AWz, F 42 1R
&£ 912 Sr(acac), 1% HoO IZO A HIZEAME L, AN ° MeOH ICIEfiESH L5 L LTHHELE
DRIEIZEE T2 2 N TERNWE Ghole, ZOET AKX 4-2 12777, £72 Sr(acac): 1%
HO0 2 —FEVEESETH MeOH 2 M % % L AT 208 NH; 12 CE HICEBEREHTH
2L TEWRER 2RI 5 2 L b T& 7z, —77 TiO(acac) 1% & DB AL T b EZHI 2
eI o7y (B4-3) , Fex DRI T TIHEEIC H0 25 ATV 5 IR Tiox HEO/ERA
k7o, ZDX DI Ti JRITHEHTE DML Sr JRICHH TE 2T > T
%, ARIERTIL Sr(acac), DIFLEIZIE H,O %, TiO(acac), DIEHEIZIX MeOH Z W5 Z & &
L7co WRIREEIZZEAZ40 25 mmol/L & L7z, BUBIREEIE 450°C, R R £ £ 10
4y & U, SiEER BICRUIE L 7=, & o VDM H A TRESIEICOWTIZR 43 ICFE L 0
77

MAZE MAZE KI
(Mixing chamber)

Reaction space
4 ~1mm

://\$\_) ////\//// 411 s ///;_iEXhaust
= |l /'Sub’0, 097870, 4

S ——— -

ch.B: Sr Fine channel reactor Heater

4-1 PR E
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7 4-1  pfES:

Solute : TiO(acac), ™ Sr(acac)z ™’
Solvent ; MeOH™ H,O™
Solution concentration : 25 mmol/L 25 mmol/L
Carrier gas [L/min] . 1.0, 25 0.0-5.0
Dilution gas [L/min] : 4.0, 2.5 50-0.0
Substrate : Si™
Substrate temperature 450°C
Growth time 10 min

Spatial gap type 3rd gen. Mist CVD system
. , 2.4 MHz, 24 V- 0.625 A, 37
Ultrasonic transducer :

(Frequency, Power, Number)

*4 Deionized water | MillPore
*5Si, 3030 mm t=0.5 mm
"6 Honda Electronics, HM-2412

Growth system

*1TiO(CsH;0y) » | Bis(2,4-pentanedionato)-titanium (1V) oxide, TCI
*28r(CsH,0,), | Strontium acetylacetonate hydrate, Sigma-Aldrich
*3 CH30H | Methanol, 99.8%, Wako

F 42 BUE T RIRE IR

AN H20 MeoH MO TMEO
TiO(acac): O A @) A
Sr(acac). X O X ©)

O Solution is transparent and film can be deposited.
A The solution becomes transparent, but no film is formed.
% Solute does not dissolve in solvent.

MeOH® AN

4-2  Sr(acac), & K HLETIRIN L7 & & Ok
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- =
e v o AN
TrieetM T L =

ol il L
OH

MeOH ‘u'JIe!@SIj MeACH
+H,0+NH,

4 4-3 TiO(acac), & S IALEZIIN L7 & & DFRF

# 43 HAWESM [L/min]

Ti Sr
No. C.G. D.G. C.G. D.G.
2 0.0 5.0
4 1.0 4.0
5 2.0 3.0
6 3.0 2.0 10 4.0
7 4.0 1.0
8 5.0 0.0
9 25 25 25 25

Ti:Sr T APREIZ L > CTREBEN ED L S IZEIT 5O EFH~5H7-%, FE-SEM %
AWTENEND STO HEIREOFRmEG A B LT, ZORREZM 4-4 12777, Ti:Sr = 3.0:1.0
FTIX, STO HIEKREITKRIF23 RO 4L, Ti G EICHAI L TEOENEZ TN D Z &5y
3%, Ti:Sr=4.0:1.0 TITKLADNHER > ToBRZRTIR & 72V | TisSr = 5.0:1.0 TRIETRL A3,
SN o TZ DI T LV & B OMIDWRSERRI R E L CW D035 00D,

VERLL 7= MO FH R IE EDS 2 W CHIE Lz, EILENDRIFIZET 2 IENHLA L Ti/Sr
BEO, KA OB Ti/Sr OB A 3 4-4 (RS, ST A RELICET 5 Ti &34 <
RDIZONTIEN Ti AHAREE &2 < 222703, s U A& TiSr = 3:1 £ TIIMEPIMRCEL
Ti/St = ~1.5 LFECNTHIN L7z, Loy UGS AL Ti:Sr = 3:1 22 5 & BENAHAR L
Ti/St ST Uz, F 72, Wk AyiE ke Ti:Sr = 1.0:1.0~3.0:1.0 DML TR L 72
IR CITMEREN L 0 BRI Ti S EEN T, TiRITEERICBIZET 2 B i 5 2
OV & RS LRI £ 72> TLEW, JEIRNIC Ti A LTS B IAE Ao D TiEan
MEWVWS ZENTFTRTED, —F, Wk T APEL Ti:Sr = 4:11 L7220 Ti ARoICfa s
Bl BRI ANE T o TR Sy & RIZE O Ti/Sr fERIE & 72> THR Y B4 Ti BEVIAE
WD ZEWagyhoTe, THRFISME L 2ok, DF VT A&l Ti:Sr=5:1 DK, Ti i
DI BZET DRNCSIN LRI 72> TLEIBDOLEHLMN, TNTHRDIFED Ti JR
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DSIFIZEVIAEN 720, RIS Ti AEV AT, Ti OB EH L2 25 2
HiLd,

F 42 \ORLIZX DT, FRIEBR LY Sr(acac), IF HO IZIEfE SH7- & & TiO(acac), IE
MeOH (ZIFfR 87L&, I A h CVD IZ X% SrOx, TiOx HEDOERINAIEETH D, Lo
L. AEIO XS ICRR D2 AW HE 3 I A CVDIC K 2 EBIPRITZ N E TIEE
A ERREENR IR BEOL BARDEHEANZSD 2820 ERZFIH LTS Z &ty —
RBETERRICE SR> ERNThHD B2 HND,

Ti:Sig LO:L0 gr =2.0:10" Ti:Sr=30:00

.
2.00 pm ' 2.00 um @ 2.00 um
I I

Ti:Sr =4.0:1.0°~ (W Ti:Sr=50:1.0

4-4  STO JEMEOWLE A AP &Lt Ti:Sr & F il (SEM)

% 4-4  EDS HIE RS

Carrier gas ratio Ti:Sr 1.0:1.0 2.0:1.0 3.0:1.0 4.0.1.0 5.0:1.0
Ti/Sr Atomic % ratio in films 0.37 1.49 1.39 12.59 24.23
Ti/Sr Atomic % ratio in particles 4.84 6.09 4.47 14.53 6.43
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42 MeOH ZiRA ST St a2 AW T L D STO HIEO/ER (201219)

AT THEH L7z Sr(acac), 1 HoO I DA BUCEEfE L. TiO(acac): ITAEHEIZ HO 25 v
TWD & TIOX IO VERA R 72 o 727z, T A b CVD #TO STO #BEZAUCER L Sr it
& THROWEIRANED T ENENRZ DA WD Lv7einodz, 4.1 EillZiB VDT 3 i
I A CVD Z 7z STO D IERUCER Y #HA 7223, 8 3 AR I A~ CVD ZHWTH
V)RR T D 2 LN TE e o Tz, £ 2T SRR . Ti JR A2 RS 572D
72 MeOH ARIZAREZR RV 41317 5 Z & & L7z, Sr(acac), % EH#2 MeOH (21 2 C & IAf#E L 72
Wiz, ETHEO HO0 ICEfR ST, £ 212 MeOH Z 25 & AT A% L&D
NH; Z A2 CESICBEREZRE T2 2 &L CERRRIKREIER T2 Z & T& -, FERR
TRIERISRIEE 45 12 F L DTz,

A1HCIXTIIR & SrIE O FEHEEE X [F— T - 7225 Ti:St OWEN AR BN H D —ELL
b (TisSr=4:1o0r5:1) &7pofcl & HIREANOMECLE TSt 232 L7z, milEl ORI X
ZIEI 25 mmol/L Th 723, A RENIMENHECEL Ti/Sr & BIEEE CTH 5 1.2 55 CTHYET
&5 L9 IC TI WiHERE % 10mmol/L | Sr Akl % 20mmol/L & L, #EtOMfGH A K v
M FFETE D L DI Lie, EoWnk U APk Ti:Sr=1.0:1.0~3.0:1.0 (FUBHFUEHILRS &
FE Ti/Sr = 1.0~3.0) @ & TN ORAELE Ti/Sr = 0.5~1.5 FREOMENH LT\l &
D, ARFEBRICBIT S TiJR & SrIROMEN A% Ti:Sr=1.0:2.5~3.02.5 (BE%EE
U 7 JRBHERHEAS B b Ti/Sr = 0.8~2.4) L2k ¥. £ORmEE, KN OMALEL Ti/Sr %
A U7, BROBREE 1 450°C, BBERFRIIZZE4L 10 43 & L, SiFER RICaiE L7z, &3
VT IVDFERM IR T AR BRI OV TR 4-6 ITE L DT,

45 pESAT

Solute : TiO(acac)2 ™! Sr(acac)z 2
_ 3 MeOH +H20™ + NH3™
Solvent : MeOH (170mk+28mi+2mi)
Solution concentration : 10 mmol/L 20 mmol/L
Carrier gas [L/min] : 0.0-25 0.0, 2.5
Dilution gas [L/min] : 5.0-25 50,25
Substrate ; Si®
Substrate temperature : 450°C
Growth time : 10 min
Growth system : Spatial gap type 3rd gen. Mist CVD system

2.4 MHz, 24 V-0.625 A, 37

(Frequency, Power, Number)

"1 TIO(CsH,0O2) 2 | Bis(2,4-pentanedionato)-titanium (V) oxide, TCI  *5 NH; | Ammonia Solution, 28%, Wako
*2 8r(CsH70,), | Strontium acetylacetonate hydrate, Sigma-Aldrich *6 Sj, 30x30 mm t=0.5 mm

“3CH;0H | Methanol, 99.8%, Wako *THonda Electronics, HM-2412
4 Deionized water | MillPore

Ultrasonic transducer
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#£4-6 HAWESM [L/min]

C.G. B D.G. CG. o D.G. Supply ratio T¥Sr
25 25 0.0 5.0 .
0.0 5.0 0
1.0 4.0 0.20
15 35 0.30
1.75 3.25 0.35
2.0 3.0 2.5 2.5 0.40
2.25 2.75 0.45
2.5 25 0.50
3.0 2.0 0.60

T Y FYRA RN —=EHWTHE LZREL R 4-7 (-7, F/FR L2 EEOMRT
EDS Z#HWTHIE Lz, ZTNENOEMICEIT DN Ti/Sr 38 LN KT ORfAkL
Ti/St DFEEIE 2 4-8 1R T, R 4T IR T K 9 ITHE T AL TisSr = 2.5:00 D& & D
BT 101.41 nm, #3054 AR ELE Ti:Sr=0.0:2.5 ® & X OEEX 142.16 nm TH-72, Zh
5 DO F1E TiOx 38 LU StOx DHIEANED L TH V| TiOx, SrOx HfEE H L T 6 5t I
(VBB TERR SV TV D Z ERbhoTo, DF D MeOH R % AW AUE TiOx B TE %
ZEDNHMER SN, 72 SriE LTHO & MeOH & NH; OIRATRBE VAR S 72 SrFvE
WaEHWTYH StOx HIREZ(ERTE 5 Z LR TE 7, LarL, ZRESo Ti Ji, Sr i
W52 A Lo o T U B CHER TR ME L TWDH L) ThoTe,

4-6 10 | JFUEHEUEHIL#A B Ti/Sr DI 2E - CHEIEOFA R L Ti/Sr & #0142 [/ 23
RO, THRASAEOHEINZE U CHECE TSt 1 1.0 S5 THMAS IEE > T\ b, 4.1
D BT b FUBHEURHMIRG BEEE Ti/Sr = ~3 £ TIFENMRREE OBT/ & < | JFoBHERHiE
FE L TSt = 4 DL EIZ72 o 72 ICHL R EE Ti/Sr 232 L T 7=, BT RRR SRS L 7= Ti JR
XIS BT D ANSS LRI A E N T U EWEENERMIEIA Bk 3 2D A8 L C
BN OB LE Ti/St O IEES>TLES EWVWH ZENE X HND, BEIZOWTIX
JEUBHECBHIGHS B LE Ti/Sr=0.35 % TR A 2D L2y, JFOBHEEHitR &L Ti/Sr=0.35 DLk
BTN LT,

FHESCEE TVSE 23 1.0 A O 7V 258 U, W ARk TiiSr 12 K » TEREFRED £ D &
AT B Z 570, FE-SEM Z W TZENEN D STO D mEig 280 LT,
FTARTORIIKE LT 5 RABLE L2 EON, HRAHEDOREE S A X 4-5 12757, SEM ]
EZAT2 72T _TO STO HIEIZIBWNT 5 TR T T 4-5 1T L7e & 9 ZRERIR & 7213 Ekeik
N7 5 72 X9 I FE ORI DIMFIE L T e, K- OB ELIE 4.1 Fi D F2Biks SR BRI s
NED S TiNEL EENTV,

PUBEY Ao RI-B . AL, BOBSHEE 2 & o TARFEER S FIZH1T 5 SITiOx il
DREEA T = AN EBET 5, SN E XX, H0 IR KT 5720 Ti BIENIC
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IV IAEFUTL < St RDBEDIEDTEALT 203, FERHFE B R Ti/Sr 238 KT 52 L7
15 T SrERO PR RN T 5 7o O UIEREE 2N T 5, Ti/Sr=0.35 Z#8 2 5 & SrilciR
AT 5 H0 OFEE BT 5728 Ti JAMREENIZERD AELF <220 | TSr O
o THEPARBCEE Ti/Sr 233899 5, L2 LREHIERG & EE Ti/Sr = 0.5 fHEIc VW Tid 1
Z T HIEPNFRLE Ti/Sr MR L72< 225, ZHUL StiE LGS D H0 12X D Ti JiN
KA TG L THRABEDO R ERRLFDOIBIEON T LE I NOLTHD LB BND,
SEM B % i@ UL TN o T h b RT3 R S AL, BT ORI Ti/Sr 13PN
B Ti/Sr K0 b REWZ D505,

A Bl FEER T SrJIZ MeOH %R EG S W72 ik % F\\C STO EIEOIERLA 4T - 7223,
4.1 FiOERFERIRL T OFAZ 2 5 2 & AHRT ., HEN O Ol EHRE O
FRIZIZE S 20> 72,

47 WREH ALL & EINALEL L Ti/Sr @ BEfR

Ti/Sr Carrier gas ratio  Ti/Sr Supply ratio Ti/Sr Atomic % ratio Thickness [nm] Surface condition

2.5/0.0 - - 101.41 film
0.0/2.5 0 - 142.16

1.0/2.5 0.20 0.11 114.06

1.5/2.5 0.30 0.48 82.17

1.75/2.5 0.35 0.42 180

2.012.5 0.40 0.75 225 powder
2.25/2.5 0.45 1.06 250

2.5/2.5 0.50 0.95 250

3.0/2.5 0.60 1.06 320

Ti/Sr = 0.3 Ti/Sr =0.45a,

4-5  STO JERED JFUEHEUBHMILAS B Ti/Sr & FHEEiE (SEM)
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# 4-8  EDS &5 5

Carrier gas ratio Ti:Sr 1525 2.252.5 2.52.5 3.0:2.5
Ti/Sr Atomic % ratio in films 0.48 1.06 0.95 1.06
Ti/Sr Atomic % ratio in particles 2.89 3.85 3.75 3.27
1.2 350
A 4
1 b N 4 300
; s L e o 1 250 @
g8 4 =
L {1 200 £
cé 06 ® 2
(5]
% ® A 1 150 %
L A L
g ¢ { 100 F
= °
02 | 4 50
A
0 ' ' ' ' ' ' 0
0 0.1 0.2 0.3 0.4 05 0.6 0.7

Ti/Sr Supply ratio [mol/mol]

4-6  JFUBHRUBHIGHS B Ti/Sr 1232 STO DA & )R
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43 F&oH

FIMAI AL CVD (FHEEE) ZHVTSriRE TiJiZ R4 122 A MELUIGFIC
KV ATy Z & C STO RO /ER A3 A T,

4.1 HiTiE Sr & LT Sr(acac), & HoO (2 S ¥ 72k & Tifi & LT TiO(acac), &
MeOH (2 S 7= 1Rk 2 AV T, MBEOFLA DS 1.0 I & 72 > 7o ER EI2 13 % < O
K- BFEL TR, EOV 78BN T HR 7 ORLAREE Ti/Sr (3RO L Ti/Sr &
DHEREDSTEZEND, SITRICE 5 H0 & Ti PR TG LR 03384 L T
WHEZEZLND,

42 i TliE Sr i & LT Sr(acac), & HoO IZ¥fE S H 72 ¥#KIZ MeOH & NH3 ZiRG S 7z
Wik, Tifi & LT TiO(acac), Z MeOH (T S B 7-tmik 2 o, B o 7 3R Ik
KBMHE LIZL )72 R7-H TH o7, SEM THEIE L-MIEEREICH 4.1 i & FRRICERRO
KL N ZHRERR S v, B OB Ti/Sr XM TSt KV b RED -7, LLED
Z L5 SriFIC MeOH ZIRA S TH H0 25 ATV IRV BIEEETOER H L < I1X
FOSFSA I T TR & ORI E P < 2 ST RN Z LR END,

3R IR N CVD 2 L, wRA AN I A Mb LRGSR L 72 3RO &
i<z X TERholz, AFEERICEW TR F2384E L, BEREAELTLES =
B, MEN ORI Ti/Sr X FEO G B IR T, Mkt 2 OB O 4G & CHlE - %
ZLIIREETH o7, RN TSt 2 Hl# 3 2 72 DI E R o G, & L<
I TR E RO OEEIS L) R TLRBULETHL EBEZ BN,
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S5 FAfE STO EEO/ER

HoO I ULNET 7220 St & HoO 2 WD & i R e Ti R, FHT 282 AT 5
[R5t g & Uiz & & Z2MBY7e 7= 0 2 W25 3 i 2 b CVD TidZ OfLEREL Dl
LY —BED TR HIIR AN 8 D Z & AV L 7=, Ti A St OVE TH 5 HO & RIS %
BZLTLED Z ENFRICET BN D720, Tifi, Sz [FRFCld/e < AR T 5
RERIRORET= 0 2 V255 3 R 2 |k CVD C SrOx & TiOx Zflf@ L 7= 5elbli7s STO i
OYERUCHREE T 2 2 & & Uiz, 1RO 3 I X R CVD &3 RV 2 E Dk 2 kF
BN T TG T2 DT, AR TRIEE 72> T D St e Ti HO H0 ~DOIEfEtts
KOS ERICT 20BN /2 72D Z ERMIfFTE 5,

5.1 Qz HAE MW= FE STO RO /ERL (210702)

SrOx i & TiOx i, &BDOEHZZHIHT 5 2 & THERTICFET 2 R EOEA ., Wiy
2V ) & ZADALA G 2, AEICETIL Sr i & Ti ROJREHIEERE# 2 2 A 2 T,
IR DAL L % 45 J8 OIS L TR EHIR D D& iR 5, BB A 2 5-1 12”7 F, Sriiod
WEIZIZA My F U LT EF AT E RS — b (Sr(acac),) %, TiROEEIZIZT X VBT
TF AT E N F— b (TiO(acac),) &M L7, Sr(acac) DIEEIT LD FEERD K 5 7o di# 2
T H0 DA%, TiO(acac), DIEEEIZ I Z 4V E TR MeOH % FV =, RRBEEE 1T 450°CE L
T HEHAR BRI L7,

HJE DR S Z T 5 2 & TR ORlE 2 3 5 72 F971F SrOx 5, Tiox 4 Z i
AT FIAER L2 ORBGERE 2 JIE LT, 2 ORFOEIRIREIZZ L E 4 25 mmol/L
L LT, ENOOEREFR 521277, TiOx EEOMEIEE T 36.6 nm/min &, SrOx K
D RBGHEEE 2.70 nm/min (Z%F L CIEFICRE D o772, Ti JROPEE % 12453 D 18 mmol/L (2
ZEH L STO WEIRDOAER 24T > 72, AR OMEFERER X 1 min, 2 min & L. FEfEEEUIEE
DOMBEEIEM 2R/ 2 5720 20 B 10 B & L7z,
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# 5.1 FEBRSAE

Solute : TiO(acac)2™ Sr(acac)z
Solvent . MeOH™ H.0™
Solution concentration : 25, 18 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 2.5 0.0, 25
Dilution gas [L/min] ; 5.0, 25 5.0, 2.5
Substrate . Qz®
Substrate temperature : 450°C
Growth system ; Temporal gap type 3rd gen. Mist CVD system

2.4 MHz, 24 V - 0.625 A, 3°
(Frequency, Power, Number)
"1 TiO(CsH;0,) , | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCI *4 Deionized water | MillPore

*28r(CsH,0,), | Strontium acetylacetonate hydrate, Sigma-Aldrich *5Si, 30x30 mm t=0.5 mm
*3 CH30H | Methanol, 99.8%, Wako *6 Honda Electronics, HM-2412

Ultrasonic transducer

K52 PRAREHAE

. Temperature _. . Sr Ti (25 mM)  Growth rate

Film — Substrate "o ™" Time [Min] o o o 1 min] c.gfdgUmin]  [ommin] A"
TiOx oz 450 5 0.0/5.0 2.5/2.5 36.6 2.39
Srox 20 2.5/2.5 0.0/5.0 2.70 1.68

ESL L 72 IO/ X EDS 2 W TRz, TNENnoY 7 BT 5 IENALR L
Ti/St DB A FK 5-3 1 RT, K@% 1 09 DR L7l Tl bt Ti/Sr = 0.020, 2 43
F R L7 BE CIEALE Ti/Sr=0.012 & 22 TilRA&ED SR ARIZK LIEF 12D
72 FRFRMMG R TSt IZRI L ThoIcbBb 59, 1 409 20 [BIFEE L7~ fHE
STO WML 2 433> 10 [AIFEfE L 7-fifE STO IR CITAALL A 1.7 (F R DFER & e
77

PRI IE 25 mmol/L @ TiOx FRE D A IFH 728 36.6 nm/min Tdh > 72D C, 18 mmol/L ® &
X O 1L 18.3 nm/min T - 72 L RE TE, F 72 SrOx O A X 2.70 nm/min T &
HDT, HEREOFMALI Ti/Sr=6.78 (218.3/2.70) fHIIZ/25 L) PRI TE 5, Ll
72N BAERLL 72 STO FEEDORBENAR L Ti/Sr 1% 0.020 X0 0.012 &, PRELITRKE L B s ik
Rlipoiz,

%53 JFUBMIEAS B EE Ti/Sr & EDS JHIE 5 5

Sr Ti (18 mM) Ti/Sr supply ratio  Estimated

. . . . -
Time [min] c.g/dg[L/min] c.o/d.q [L/min] Repeat times [molimof] Ti/Sr ratio Ti/Sr Atomic % ratio
1 2.5/2.5 0.0/5.0
1 0.0/5.0 2.5/2.5 20 0.072 6.78 0.020
2 2.5/2.5 0.0/5.0 10 ' ' 0.012
2 0.0/5.0 2.5/2.5 i
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52 SiEMAE MW -FERE STO MO ERL (210711)

5.1 8T ScR & Ti JRO JFUEMILIAIRE 2 2 A 2. T, HE STO FEDORLAL 3-8 DR b
IHRTE L TV D 00 & 4 L7228 SrOx I & TiOx BED RIS 7> & ek B U 72 BE He & | iR
FETI/Sr T RE S BApoTRBY TiNFEICIZE A EEEN TR o7z, I LIZKFEEE 14
FOENTEE STO Wil & 2 3 >E - STO MR DOALA L T/Sr TIX Ti O & A &N
Hip o Tz, 5.1 HiORRZ S FEZFEBRIZEK T2 FIEZL LD I A0, desd TlRERD
FIET STO HIRAERIZER AT D 2 & & Uiz, £z, REITIFIEMN A SilZZ 8 LA Ti/Sr
IZED X DTN D D ONEHHAE Lz, 3 LWRIESIE2 % 5-4 (R, B FEHEK OV
B, EEIRTH L R TH D, A PIDIZ SrOx i, TiOx &4 Z 12 v se bk I fESY
L& DRl B 2 E Uiz, Tiox IR U CIpiEiB A 400°C TR L7, —
R 450°CT D SrOx MREIE R 2 13 & Fx, & D% MR EE 450°C THIE IR 10, 25, 50 mmol/L
(TR ATV, ZNENDSRMICINT D BBGEE & el U 7o, fER A R 5-5 1073, e s,
7 5-5 OFBRDNEIZHIEZAT > T NEFIZHE L TV 5,

FI-FEEIZ L D STO MIEDOIERCIIK B DREAZ B L S Wiz & EFERIETICAET Do
FEOF GV DO DAL TS 23 ED L DI T 20T L TR &2, £ 2 THEE
OPFEIFREIE 10 min, Smin, 1 min & U, FEEEEUIFEORMGEER 2 i 2 5728 1 [\,
2 [a], 10 [al& UCHE STO HEZ RS 5 EBRBITo72, ZOROFEHREX Ti IR 50
mmol/L. Sr iR 25 mmol/L & f\ 7z,

#* 54 pREESRAT

Solute : TiO(acac),™ Sr(acac)z?
Solvent ; MeOH™ H.0™
Solution concentration : 10, 25, 50 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 2.5 0.0, 2.5
Dilution gas [L/min] : 5.0,25 5.0, 25
Substrate . Si™®, Qz'
Substrate temperature : 400, 450°C
Growth system : Temporal gap type 3rd gen. Mist CVD system

2.4MHz,24 V- 0.625 A, 37
(Frequency, Power, Number)
"1 TiO(CsH;0y) » | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCl ~ *5Si, 30x30 mm t=0.5 mm
*2 8r(CsH;05), | Strontium acetylacetonate hydrate, Sigma-Aldrich "6 Qz, 30x30 mm t=0.5 mm

"3 CH30H | Methanol, 99.8%, Wako *7Honda Electronics, HM-2412
"4 Deionized water | MillPore

Ultrasonic transducer
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# 55 PRAREE & piEEE

. o - . Sr Ti [10 mmol/L]  Growth rate
Film Substrate Temp. [°C] Time [min] c.g/d.g [L/min] c.g/d.g [L/min] [nm/min] An.
TiOx 400 10 0.0/5.0 2.5/2.5 15.6 2.097
SrOx Qz 450 20 2.5/2.5 0.0/5.0 4.63 1.608
TiOx 10 0.0/5.0 2.5/2.5 2.63 2.041
- o - . Sr Ti [25 mmol/L]  Growth rate
Film Substrate Temp. [°C] Time [min] el L el U e An.
TiOx Qz 450 10 0.0/5.0 2.5/2.5 4.14 2.08
. o . . Sr Ti [50 mmol/L]  Growth rate
Film Substrate Temp. [°C] Time [min] ¢.0/d.q [L/min] ¢.g/d.g [L/min] [nm/min] An.
TiOx Qz 450 10 0.0/5.0 2.5/2.5 15.8 2.058
(A) (B) ©

5-1 EEOA A—

£, £ 5-5 O TiOx O FRELHE (SN THEET 5, HIOEIEEE 10 mmol/L, 400°C
THAE L 15.6 nm/min ORI EE NS 57278, 450°CT SrOx I Z B L 7= 450°CT
TiOx K2 TER % & Z O pMFEHEEE 1T 2.63 nm/min & K& <D L7, FEARBICBWT,
P VIR & VAR S IS B S 72D, 15.6 nm/min > 5 2.63 nm/min O AR DI
DIEFARERTH D, L, BICIT- 7= Siox BEOERUZ RN S & 5 alfettn 5, ZhE
TOERNG, StRICEEND B0 X Ti i & BUG LR A2 5384 SH 572 L STO @O
U E X2 LC& 7z, AR S & Ti & [FRFCHRS L TiEn7eunas, Srox D /ERL
% EHFE IS RREEEE 72 £ HoO 3O 00 FE - TR Y, 2 Tiox EIEO R E %
BT D TIERWNEBZ biLD, ETEERIREZ 25, 50mmol/L & K& < DI DF ki
BT 4.14nm/min, 158 nm/min & B5F U7z, JEBMEIAZREDN R < 72572 2 & CRUBE E
MEFLTEZ b HAATH DN, JFEHMEIAZ IR OB b~ TR EE O B
MRENZ LB, i LT Tiox OIEA/ER L7 2 & THERIEN O H0 2584 L TiOx
O DIGT 6D EHRN Ve {7 b | BEEEEN EH LcTRett b H 5,

TR U7 I OAHAT EDS & W TR 72, ZRENOERICR L 5 S35 >HE L, £
DRI TSt OB 2 KD T=, £ o 7 OIEPNHLE H O TEHE % 3 5-6 107+, FE
NEDJE X 2B L ST L7-FEE STO MO TSt ITIZRE ZREWITA b H
o712, TWIHRIRE 50 mmol/L 1Z351F % @ TiOx M D pfGE EE 15.8 nm/min & SrOx (R D AN
T 4.63 nm/min 2> 5 FERRIEOHEEFARL L Ti/Sr 13 3.41 (15.8/4.63) LHESNS, 2
EDS OJEEM & K& ZEWTR <, K<SHBERTWD Z e nhole, — ., 5.1 HiDE
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BRCIIHEEIE & EMEICD 2 D OX v v TRAELC TV, 20 2 SOERICBIT 51E W%
PRIz A, FT StOx WIREA A ST L7200 TiOx MIEORBEEE 2 HnTind Z &
H L IFHWZERNAERTIL S, S1HTIEQz ERAR->TVAHRTH D, EOMIENR
OPRFFREE 72 &6 B H500h LIS, Z OB LTI 52Tz,

FRBIEOE S 228k S B TR LT-fE STO IO R FREN & D & 5 IZE(bT 5 D)%
FHRD 7=, FE-SEM & W TZNENOD STO IO F Mg 28Il L, < OEEK 5-
217 T, FUBHE 10 25T ofbE L= o 70 A IXFE R IET /N SRS TEHh TV
2 KO Z Do — 5 CIRBHMIEHAIFHIAS 5 53, 1 4 &L W3R A % < Blfg L7z o 7V B,
ClZ—BOBEINNESL 2BI1E L, BRI 2 51F ERmMOFESRIAKRE <2y, M
WRELIRD X IICAZT,

% 5-6  EDS I E ik 5

Time [min] c.g/d.gs[rL/min] c.gjci(.zo[lrj}mi)n] Repeat times TilSErsgmlgl]ratio E_‘T’/téT?;ig Ti/Sr Atomic % ratio
Al omo  ams ! 53
S 0050 25025 2 200 341 332
© 1 g gms 2

2.00 pm Hey 402,00 um

(B)

[X] 5-2 STO DR E M (SEM)
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5.3 Ti JRAIRIRIREEZAIC X 2 BBGHEE D2 b (210728)

5.2 #iC Ti IR ORI EIC K 5 TiOx IO RELEE DA 4 U772 B, WIRIRE % 10
mmol/L 7> 25 mmol/L, 50 mmol/L & 2 < 9 AIZHE - THOMEE X 2.63 nm/min. 4.14 nm/min,
15.8nm/min & E5F U7z, LA L7eh B i) TiOx R 2 2Rk L 727 | SrOx I % FZ Ak L TiOx
AT 5 & TiRIEEILFE Ch o 72 b b 677, ABEGEE L 15.6 nm/min 725 2.63
nm/min & L7z, THOORREEEEZ D L WERENIZ St B CH D H0 Mk
B4 22 L0 Tiox BEEE 2D S LRETh D LHE SN D, REITIE 5.2 Hilfkk
SrOx EAERIFZIZ, e T TiOx MEAFR L, WHIRE OiEWIZ K 5 TiOx RO sl s B 2 5
BT DI L& Uiz, SRS A R 5-7 1T, BREHAIR OUWE X ATHE & Ak CToh 5,
SrOx wifiE, TiOx #ilFE % Z I Z 4 Qz B LITHER U & O Rl 2 E Lz, £7- Ti RIS
(% 25 mmol/L & 50 mmol/L, 2 FHOPEE HE L= ORI &2 e L7, #ER %K 5-8
W29, 723K 5-8 DR ONAIXRNEZ 1T - 2 EFIZHE L TV D,

57 FEBRSAE

Solute : TiO(acac)™* Sr(acac)z 2
Solvent ; MeOH™ H.0™
Solution concentration : 25, 50 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 2.5 0.0, 2.5
Dilution gas [L/min] : 50,25 5.0,25
Substrate . Qz®
Substrate temperature : 450°C
Growth system : Temporal gap type 3rd gen. Mist CVD system

2.4 MHz,24 V- 0.625 A, 3"
(Erequency, Power, Number)
"1 TiO(CsH;0,) , | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCI ™ Deionized water | MillPore

*2Sr(CsH;0,), | Strontium acetylacetonate hydrate, Sigma-Aldrich *5Qz, 30x30 mm t=0.5 mm
*3 CH30H | Methanol, 99.8%, Wako *6 Honda Electronics, HM-2412

Ultrasonic transducer

7% 5-8  pRELHE

Sr Ti [25 mmol/L] Growth rate

Film Substrate  Temp. [°C] Time [min] c.a/d.a[Limin] c.ofd.gfLimin] [nm/min] An.
SrOx 2.5/2.5 0.0/5.0 6.17 1.509

TiOx Qz 450 10 0.0/5.0 2.5/2.5 5.22 2.092
. . . Sr Ti [50 mmol/L] Growth rate

Film Substrate  Temp. [°C] Time [min] ¢./d.g [L/min] c.g[/ d.g [L/min} [nmi/min] An.

TiOx 0.0/5.0 2.5/2.5 8.36 2.004

Srox Qz 450 10 2.5/2.5 0.0/5.0 0.38 1.981
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TiOx RO RMGEEE 1L 5.2 HilFsk, EIRKIRE OHINIENRE < 2o TV D 2 & D3RR
Ente, L, ABEET_REFERIT StOx EIE O RUEEHE DR T 5, St fER
KT E D> TWRWA 1B & 43 BIZAUE L7z SrOx il TILREEEE 7Y 16 43 D
LIEEITHED Uiz, 52 Hi CIdas N o H,0 A3 TiOox Okl A 151 5 afdEMEIZ > CRE
W U728, A R0 EER D B IR PNIZFE > 72 MeOH 73 SrOx DR % #5152 I REM: & &
ZHD,
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5.4 JFUBMIKE S OTE WS O L St/Ti I M IE 82 (210810)

STHEIL D . AUEHEEE S 25 mmol/L CH& RO MG R 4[] UIZ L7= g, JFOBHEUEHItG
&b Ti/Sr 23 2.0 TYERL L 72 STO B DRARK L Ti/Sr 1349 3.6 & 7o 70, FHALEE Ti/Sr 23 1.2
D STO A5 Z L 2 BRI LT\ D72, AEBRCIIFERNREMILG B IL Ti/Sr %
0.5 L7250 X D IThkA e ClRB 2 ibie 2 2 & & Uiz, BURSMEEZ R 5-9 127" 7, Srii
DWEI\ZIFA burF AT EF LT b — b (Sr(acac),) %, TilROBEEIZILT ¥ Uk
7'F T & hF— b (TiO(acac),) %M L7z, Sr(acac), DIEHEIZIE H,O %, TiO(acac), D
BRI MeOH 2 IV 2, BOBRIREE 13 450°C & U s Bt RIS R L7z,

AlE b HIDIZ SrOx L, TiOx 2 T EAUERL L% o plbGE 4 J|IE L7-, TiOx 12
B L CIRAIRIREE DS 25, 50 mmol/L D Z&ff ChlEE B 4 bl L7z, £ OfE R4 5-10 IZR
o Ti IROEIREE 50 mmol/L D5 TR L 72T =) 7Y A NV —DT7 4 v T 1~
TN EFL WoTELY, BEIZIEM TR WAREMENEV, 728, #£ 5-10 OFLdRDJEIE
PSR A AT S T NEF I HE L TV D,

FEREIC & % STO MO /ERICIE, FUBHILKG Bk Ti/Sr 28 0.5 T—E & 72 5 L 9 I HUEHIkRS
e A Z 272 b O, Wk T AL EEZ 7= O, JFEIOMRE L & FEMEGRMAEZ 272 b
D72 L 4 FRF L FRMIHA BRI TSt 28 025 L7205 1 /b2 R Uiz, 5 LWOSfF1EE 5-11
[ N S

#5-9 RS

Solute : TiO(acac)2 ™ Sr(acac)z
Solvent . MeOH™ H,0™
Solution concentration : 25, 50 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 25 0.0, 25
Dilution gas [L/min] : 5.0, 2.5 5.0, 2.5
Substrate : Qz®
Substrate temperature : 450°C
Growth system : Temporal gap type 3rd gen. Mist CVD system

2.4 MHz, 24 V - 0.625 A, 3"
(Frequency, Power, Number)
"1 TiO(CsH;0y) » | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCI *4 Deionized water | MillPore

*28r(CsH;0,), | Strontium acetylacetonate hydrate, Sigma-Aldrich *5Qz, 30x30 mm t=0.5 mm
"3 CH30H | Methanol, 99.8%, Wako *6 Honda Electronics, HM-2412

Ultrasonic transducer
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#¢5-10  SrOx. TiOx FE oD pi R

: o . - Sr Ti [25 mmol/L] Growth rate
Film Substrate  Temp. [°C] Time [min] c.a/daUimin]l c./da[Limin] [nmmin] An.
SrOx 2.5/2.5 0.0/5.0 3.75 1.584
Tiox Qz 450 20 0.0/5.0 25/2.5 7.65 2,276
. o . . Sr Ti [50 mmol/L] Growth rate
Film Substrate  Temp. [°C] Time [min] c.a/dg[Limin] c.a/dg[Limin] [nmimin] An.
TiOx Qz 450 10 0.0/5.0 2.5/2.5 5.46? 2.231
# 5-11  STO WREDVERZAT:
Time [sec] Srconsentration  Ti consentration Sr Ti Repeat times Ti/Sr supply ratio
[mmol/L] [mmol/L] c.g/d.g [L/min] c.g/d.g [L/min] P [mol/mol]
A 2 2.5/2.5 0.0/5.0 0.50
1 0.0/5.0 2.5/2.5 '
1 4.0/1.0 0.0/5.0
B 1 25 0.0/5.0 2.0/3.0 0-50
4 2.5/2.5 0.0/5.0
c 1 25 0.0/5.0 25/2.5 10 0-25
4 2.5/2.5 0.0/5.0
D 2 0.0/5.0 25/2.5 0-50
4 2.5/2.5 0.0/5.0
E 1 50 0.0/5.0 2.5/2.5 0-50

ESL L 7= IO/ X EDS 2 W TRz, TNENnOH 7B 5 ENFR T
Ti/St DI % 5-11 (1237, EDRMIZBWTH TiOx FEIE & SrOx JEFE D ARELEE /N 5
PR L7 HEE A & ERUIE D EDS JIEMEIIRE < B o T, T EEI72Bi80% 5.1 Hio
FEBRTHREI-THEY, MERED Qz AR LICHKIEL-Z L3 L@ LT 5,

FTV TV A OWeE T AR Ti : Sr = 2.5:2.5 [L/min], JFUBMEASFERT EE Ti:Sr = 122
[min] TH Y . FEHFEEHERR R Ti/Sr =05 TH D, ZORERIL 7= STO IEOMFEPKLAL
Ti/Sr=0.05 B2 TH 72, V7 B Ok AR Ti : Sr=2:4 [L/min], JFUEHILAARS
fEILE Ti:Sr = 1:1 (min] TH U | JEHFEMILIE B Ti/Sr =05 TH 5, Z OIFER L 7= STO K
DORENFRL L Ti/Sr = 0.05 FRETH - 7=, Y7 D OFRET APiEbbiE Ti: Sr = 2.5:2.5
[L/min], JEBMEASIRFEIEL Ti:Sr=2:4 [min] T&H V) | FUBHREEHMIERS &L Ti/Sr=0.5 TH D, Z D
RFESY L 72 STO BEDENAEA L Ti/Sr=0.13 FREE T o7z, Y27V E Ok 7 A ji bl
Ti: Sr=1:4 [L/min], JFEHIEASEERI L Ti:Sr = 2:1 [min] Td ¥ . JEUEHFUEMILKG L Ti/Sr= 0.5
Thbd, ZORERL 72 STO BEORENMAL L Ti/Sr = 0.03 FEE TH 7=, T 7L A,
B. C. DI THEEHEEHME G ELEAFSE TH L, o7 BT 7V A LilE T A&
B KOVEFUTHE St RO BRI 23 872 25, B 710 B OEENFRRCEE Ti/Sr 1% 0.05 F2
ETYH T NVALRETH T, Vo7 DIEH 7 v AD 2 EORFFE 4G LT
2 DNTEREPN DAL ELIE Ti/Sr=0.129 LV 7L AR B D 2 5L E Ti REL G EN TV D
Rlipote, =P TIVEIEY TV AL Ti JROBEHIAREE & 2 fE SriR ok
FEREEI AN 72 2 3ERL L 72 STO BED JENFREK E Ti/Sr 13 0.025 FREE TH 7L A, B &
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FORETHH T,

AV D DRRERE R B BEPNALAEL Ti/Sr 13k 7 AR EICIT S £ W B I T (AvsB) |
Ti J-° St IR DJFRMIAREIIC R E S B2 Z T D Z L% (AvsD&E), 27V A
& D EHIT 5 EbnDd LD ITRHT Ti JAOMFAIRER % (B XX AR L Ti/Sr 23K & <
720 WY TV A L EQREED LD L OIS, SriROBKERER 2 HE1X T & RPN
o TSt 23/ & < 72 %, 5.2 B0 SR CIIHaE R BE N O H20 73 TiOx D BB 2 15 1T % FI6E
PEIZOWNWTE R LA, $ 70 D Tl Ti RO MG R AR W 72 DRGSR S NI R 35
H.0 % & HFREEM Lt L TiOx DR &2 1517 2 BR A3 72 < 72 0 TiOx A AT 5 KF
R+ > TeDTIERW N EHER SN D, FEEE. RIFRT TiRE 2 50U B L7k
P TNDORT, YA DICHRSBEL TIiDEENTWE, ZOREREN G TiiwFl STO
MR 2 /ERL 5 72 D IR T AT RS Ti IROEIROBRE 2 K& < T50TiER<, #k
ERRBEN D H,0 & LoD S LG L TiOx #EE R T 5 72 D O +43 7 kel JREF A filhs
THZEDIRATHLEEZEZLND,

% 5-12  EDS I EHE 5

Time [min] cqf d.gs[rL/min] cqf d;i:- Jmin] Repeat times TUSEnigI;;ﬂgDratio E;ts":]?;fg Ti/Sr Atomic % ratio
A ooso  2ss 0s 10 =
B 0050 2050 05 10 008
c o050 2505 1 025 ost -
o o050 2505 05 10 0129
E 0050 2805 05 03 0025

*The concentration of Ti solution was 0.050 mol/L
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5.5 fEAGIEE L & FEAR DS BN OREALEL St/Ti I I 95228 (210906)

5.4 Him SRR 0 2 W28 3 LS 2 F CVD I L - T STO M & T 554
JFURHEBHILIA B EE ANE U THAUTIERL L 72 STO MDA LI I 5 T AT B I ZIE & A
CEA ST, FHBERIOFEMMGRERIC K E S BB IND Z L™V hoT, £ TRE
B C A IR O JUBHILAG R & 28 (L S B AR L7 @ STO WD R D 2RIz DT
WETHZEE L, £72. 5.1 80, 54 HiCIIREE STO HIKOERIZ Qz A, 5.2 Hi.
S3HETIE Si B AM A L, Qz WA L7k, EOMAL I TSt 23/ &< 7oz, Afi
TIXRIBIC Si FER & Qz B DM A L, RS THIE L TH & O 7oA OE
(%, BB B 72 272 B>, B FEBR H OV OHSAR ST DIEVIT K D H DOV THA
U7ze RS A 3R 5-13 10T, KIREIORHE. WX & Rk Ch 5, WIRIREILE
AL 25 mmol/L,  FRMRIEFE 1E 450°C & L Si K, Qz AR LICEiE L 7=,

WIHIZ SrOx 5, TiOx M 22 Qz Fafk LICHERL L % o sG22I E L=, % O
Ra R 514 17T, FRIEGERE O TiOX/StOx = 1.80 & 72> 772, iz ilHbfE STO #
2 AERE L 7 RO L. Ti/St OHEEEA A L7z, STO JEIEDO/ER Tl tfa e t
Ti/Sr=1:1 THEAFERE S & &, F72F UHER CREHLAGRFE N R /2 5 & & PN
LTSt i ED X D 72BN S D ONEREL XL 5 & STO HIKO KBS 2% E L, £7-
BORIFIZ Si HA & Qz Habi 2 [FIRFICERE L, MEPNALE IS E WS D O b i35 = &
E LTz, FELWEBRSRILER 5-15 12577,

7% 5-13  plRESR:

Solute : TiO(acac),™* Sr(acac),™
Solvent . MeOH™ H.0™
Solution concentration : 25 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 25 0.0, 25
Dilution gas [L/min] : 5.0, 2.5 5.0,25
Substrate : SIS, Qz™®
Substrate temperature : 450°C
Growth system : Temporal gap type 3rd gen. Mist CVD system

2.4 MHz, 24 V - 0.625 A, 377
(Frequency, Power, Number)
*1TiO(CsH70,) ; | Bis(2,4-pentanedionato)-titanium (V) oxide, TCI ~ *5Si, 30x30 mm t=0.5 mm
*28r(CsH70,), | Strontium acetylacetonate hydrate, Sigma-Aldrich *6Qz, 30x30 mm t=0.5 mm

*3 CH3OH | Methanol, 99.8%, Wako *"Honda Electronics, HM-2412
*4 Deionized water | MillPore

Ultrasonic transducer

#5-14  RREGEE

Sr Ti Growth rate

Film Substrate Temp. [°C] Time [min] ¢.g/d.g [L/min] c.g/d.g [L/min] [nm/min] An.
SrOx oz 450 20 2.5/2.5 0.0/5.0 4.75 1.61
TiOx 15 0.0/5.0 2.5/2.5 8.53 2.27
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7 5-15  STO HfEO /ERLLA:

. . Sr Ti .
Substrate  Time [min] co/dg [Umin] c.g/d.g [L/min] Repeat times

A oz 2 2.5/2.5 0.0/5.0
2 0.0/5.0 2.5/25
B si 2 2.5/2.5 0.0/5.0
2 0.0/5.0 2.5/25
. 2 25/25 0.0/5.0

c Si 1 0.0/5.0 25/25 10
1 25/25 0.0/5.0
D Qz 2 0.0/5.0 25/25
E Si 2 2.8/2.2 0.0/5.0
Qz 2 0.0/5.0 2.1/2.9

ESL L 7= IO/ X EDS Z W TRz, TNENDY 7 BT 2 IENAL L
Ti/St OFPBE 25 5-16 (TR"d, £ Si Mtk LIk L7z 7V B, C, EIWCEH LT,
B 7V B Ok S AR Ti ¢ Sr=2.5:2.5 [L/min], FUBMERGIFREIEE Ti:Sr = 2:4 [min] T
HY ., JFEMEG R TSr=1.0 TH D, ZDOFFSi EIC/ER L7- STO BEDEPNKLAL  Ti/Sr =
3ARRETH Tz, Vo7V C OPEN AR EIT Ti 0 Sr=2.5:2.5 [L/min], FUEMIAGEFR L
Ti:Sr = 1:2 [min] TH V. JFEHEAAEIL Ti/Sr = 0.5 TH D, Z DO Si EIC/ER L= /ERLL 72
STO MEDFENALALLL Ti/Sr = 1.44 FEE CTH -T2, V> TV E Ok A AFEIL Ti : Sr =
2.1:2.8 [L/min]. JUEMEFRAIFREILE Ti:Sr = 2:2 [min] TH ¥ . BB &L Ti/Sr = 0.75 TH 5,
Z O Si BICHERLL 72 STO IED BRI EE Ti/Sr = 2.8 F2E, Qz HIZ/EHR L 7= STO D
PNREERLE Ti/Sr=125 R ThH > 7=,

27V B I Ti IROBHERR 230 > 7L C 2B 5 Ti IFHHGHRR O 2 5 TG &
o T/St 28 2 f5 T o723 MR TYSt X 2 50L& Zr o7, SAHIOERIZFE L7z L D
IZ TiOx DPHEFRFIZ & 5 —ELL EOR S THAUTFRE L T2 StTROTEIRIZE 415 H0
PNEEE RSN LU S TIOX DRLRIZIRI TH D LHELE I TR, 5FERTHLED
BN N7, B 7V E Tl Si BBk & Qz Hifi bl L7=2%, Si £ TSr=2.81, f1
BEHAT Ti/Sr=1.25 EMRILIZRE < B7r 572, Qz M T STO W% sl -2 & Ak
TSt /NS L 2D DIXZNE TOFEBROMMEY ThoTo, (5.1&5.4 vs 52&5.3) Qz FabR
FITERES 2 AR EREE Ti/St AN E L 70D 2 LT 5.0 Bi~54 BTNz, AEBRT LR E
nizted, 7w AL D@ EDS HIEIT TR o7, £72 Ti/Sr=1.25 X240 E T Qz K
FIZVERL U 7= STO D T b K& WAL T o 72,

JFEF O AR IR, AR ORE CERBEN ED L S ICELT 20025720, FE-
SEM Z W TENENOEREG 2B LT, € ORER %X 53 1TR-7, 77V BLE(S) .
E (Qz) TiX 025 umlE & DR+ THERMPBNOL SNTWE, o7 CORKFD L D
2 DIIMFR TE o Te, oV 7oL, C DA Ti JROMEEE 2 1 52 Th
2L THD, ¥ 7V B, E TIE Ti fEHFHEAN R < | RO TiOx EANEWN 28 TiO, i
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BRI L 7o R BRI HER TE 2O TIH RV EHER SN D,

#5-16  EDS & HE 5

Substrate  Time [min] /d.gS[L/min] cq /d.gT;L/min] Repeat times Ti/s[nﬁz‘:ﬁ/ﬂraﬁo %g??;fig Ti/Sr Atomic % ratio
AL @ coes e 10 "
I cose  ouss 10 18 329
¢ S . EZES (z)ggg 1o 050 09 144
0@ 050 225 20 36
= @ 3 owso  sume o7s 1 21

Ti/Sr = 3.39 TilSr= 144

2.00 pm
]

(B) (©)

5-3  STO HEREOKEL I & FmmifE (SEM)
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56 £&9
B3 HARI AN CVD ZHWT Srii & Ti Ji % 22 AIZHERS L SrOx I & Tiox A f&fE 4 2

Z & TR 72 STO IO ERL A 5 T,

5181 Qz HMa =@ STO WD MER (JFUEF O fHAGRE FE Ti:Sr=1:1)

52 #i  Si M A 2R STO WlEO/ER (U O fiAGREf HE Ti:Sr=1:1)

53 Ti IR X 2 Tiox BEO R IEGHE E D2 b

548 JRBHERGSIEOE WD EIEN DR St/Ti 12 K IE T 5248

5.5 80 HRGRERIEL & ARSI OFA R St/Ti IZ KIE T 528
PLEDERRND Qz Ff FICHRIE L= & X0 Si B STO WA ERIL 72 & & D5 A
NAAREE TSt 1Z R & < 72D Z & BlAY7e STO MIRAEDBE, &8 OJE ST Ti/Sr
WZHFEVEE LD SROVRREIRICELE BT T 2 R ahole, £72, StOx &
DI TIOx IEZ1EHBE, RBEGEE N KR E W32 Z & nbolc, ZD7- G STO Ml
wAERLT DS, PRAIRER 2% o 72 HaO 23 TiOx MO KRR & HE L T\ A alREMER & 5, =
DOFEH S Ti R STO A VED IITSUSEEND HiO 2 LoD S LK L TiOx 23k
T L0+, FE G2 Z LR THDL EE X BND,
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HeE FHRRE 1.2 Z B L7288 STO EEO/ER

ZAVE CHEE STO MBI 5 #HDOERTIL, TNENDOERT — X 2l L, Ak
L7HEfE STO #EDOMEANALREL Ti/St 28 E D W o T7e/XT A —=F — (TS TW 5 D)l
B L TE T, RETIZEATHE CERMEIZARE) LT & #id STV 2 AL Ti/Sr=1.2 @
STO D VER Z HAZIZ, 9 A~11 HIAT- - EIRFEBR OFE R A& AT L. KAGHIE 0729
(BB A EN ) T 2 & 2R AT,

FPHOEBRICBIT D FEEM 2R 6-1 IRT, St JROBREICIIA MYy FULAT |
FNTE b F— b (Sr(acac),) &\ TiROWEIZIZT # VW7 £ F L7 & b — b (TiO(acac),)
ZfE A L. Sr(acac), DIEEEIZIE HyO %, TiO(acac), DIEMHEIZIE MeOH % FHVN, ARAEIREE 1T
450°CTdh o 7=, F IR E 252 720 @ SrOx &, TiOx FEDERLZ 1 Qz M %, STO
MR OIERLZ I ST HER A VT,

IHNETOERIZEBWNTS TiOx B, SrOx BHIRBOHEITIX B D E 23 - T 72 DA R
H T SrOx L, TiOx & LR TR L, £ DREIEE D2 STO MR 4 1FE 2 BR O 454
KOMAGRFR DS E L LT, HIROMEZT O IEFITEER A IZHB W T, Srox E, Tiox
TEDNETH 5, B ORI ERE A2 R 62 IT57T, 5OV IEHRE A 4 &2, #fE STO
TEAERE D BB St A2 R D K D ITIRTE LT, 1 J8M 720 O Ti IROHFGRERHIE 60 E721% 120 B
L L. NN OJFEHAMHAERER 21 2 5 72012, Ti IROMEGERIAY 60 #OEEZ 10 [A],
120 B OREEL 5 [EIfERE LTz, 7235, 211022 ICAT o 72 FEBRO A 1 JE %72 0 O Ti JROHARRERH
(X 60 2RI BT S Bl LavTh e o iz, —J7, 184720 o SriffarRRIx, = o
H O TiOx &, SrOx IED Z 1 Z I D MGE A B & 2 CTIEPARRCE TSt 23 12 & 725 K9
[CIRE L7z, LarL 2210906 DFEBR (558 2D EDNDEI1C, ZDRHIC L TER
ST T VOB Ti/Sr 1L 12 K0 b RE L Rofaod, HEEMBEZY 0.7 ~ 1.0
2722 X 912 St JAOMAGR M 2 5% E Lz, 3F LWERSfFIE# 6-3 1aRT
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#6-1 FIESAE

Solute : TiO(acac),™ Sr(acac),™
Solvent ; MeOH™ H.0™
Solution concentration : 25 mmol/L 25 mmol/L
Carrier gas [L/min] : 0.0, 2.5 0.0, 2.5
Dilution gas [L/min] : 5.0,25 5.0, 25
Substrate : Si®, Qz"®
Substrate temperature ; 450°C
Growth system ; Temporal gap type 3rd gen. Mist CVD system

2.4 MHz,24 V - 0.625 A, 3”7

Ultrasonic transducer (Frequency. Power, Number)

"1 TiO(CsH70,) , | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCI ~ *5Si, 30x30 mm t=0.5 mm

*2 8r(CsH70,), | Strontium acetylacetonate hydrate, Sigma-Aldrich "6 Qz, 30x30 mm t=0.5 mm

*3 CH;0H | Methanol, 99.8%, Wako *7Honda Electronics, HM-2412
*4 Deionized water | MillPore

7 6-2  RBEHE

Growth rate

Date Film Substrate  Time [min] [nm/min] An.
=
20017 % Qz 2 "o 226
211001 %8;( Qz ig 252 ;gg
211022 iﬁgﬁ Qz ig 22% ;gg
211108 ?Igﬁ Qz ig ijﬁi ;Zgg
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7 6-3(a) /8 STO D ERISMEZ D |

Sr Ti
Date Substrate Time [sec] . . . Repeat times
c.g/d.g[L/min] c.g/d.g[L/min]
A Si 200 2.5/2.5 0.0/5.0
Qz 60 0.0/5.0 2.5/2.5
B 150 4.0/1.0 0.0/5.0
60 0.0/5.0 2.0/3.0 10
c 120 2.5/2.5 0.0/5.0
60 0.0/5.0 2.5/2.5
100 2.5/2.5 0.0/5.0
210910 D
Si 60 0.0/5.0 2.5/2.5
. 240 2.5/2.5 0.0/5.0 .
120 0.0/5.0 2.5/2.5
200 2.5/2.5 0.0/5.0
F 10
60 0.0/5.0 2.5/2.5
60 2.5/2.5 0.0/5.0
G 20
30 0.0/5.0 2.5/2.5
H 300 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
| 240 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5 .
i 160 2.5/2.5 0.0/5.0
210917 J Si
120 0.0/5.0 2.5/2.5
K 120 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
120 2.5/2.5 0.0/5.0
L 10
60 0.0/5.0 2.5/2.5
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7 6-3(b) FEfE STO HIEO/ERLLA:Z D 2

Sr Ti

Date Substrate Time [sec] . .. Repeat times
c.g/d.g[L/min] c.g/d.g[L/min]
M 218 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
N 200 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
211001 O Si 185 2.5/2.5 0.0/5.0 &
120 0.0/5.0 2.5/2.5
5 170 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
160 2.5/2.5 0.0/5.0
Q 120 0.0/5.0 2.5/2.5
R 85 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
120 2.5/2.5 0.0/5.0
211032 > Si 120 0.0/5.0 2.5/2.5 c
- 150 2.5/2.5 0.0/5.0
120 0.0/5.0 2.5/2.5
42 2.5/2.5 0.0/5.0
Y 60 0.0/5.0 2.5/2.5

ZIVE TRHEE EDS Z AW TENZNOHEED 5 silZis i Dk Ti/Sr O F-¥fif % E 5
DAL TS & Lo, TR H OFERZ K 6-4 ([Z" T, F 72, STO #EDHEE AL Ti/Sr
(Zxd°% EDS CHll7E L7=# kbt Ti/Sr Z[X 6-1 (27 a» kL7,

FFEBRBICER U= IC i B U CHER L 2 AR, BRI 2 & 3B L 7= HEE# Ak bt
Ti/Sr (2%t L C EDS CHIE L7 #ak bt Ti/Sr (XL BB Z R > T D L2 Icih 25, L L,
INETOERMEREELOTHD L, HEEMAC & FEH L7/ BAEIZIT MBI 22V K 5
WZHR % BEZKIET DB, ZNZENDOFE I A FPRELZ KT SRWEIEELKZ T
Bt DT ADHEFR L, FEEEERECKISFNICI A RPERE LN E Il TS, L
L, TNETTIEIATSTHY . SITROEIRIZE £15H H0 DEE R E sk 72
EHERIENICIR A L, TiOx EOREAAFE L TWA Z g sns, £, o7
CLELLLIIREUDEIICTIIRE SrROBAAFER] DL FES TS Ti RO AR 2
0LV 120 L KV REHFG Lz & ML TSt 3L TWD Z &b, SriD%
WIZEEND HoO DRSREPNICERE LT D 2 E 2EMAT T D, 2F 0 TiIROBHER
R EWE EPEREENICFE - 72 HoO 247 L L, HoO DR 8EA 217 9712 TiOx 4 il ¢
XHL0ThDBMLIEEELZLND,
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7 6-4(a) EDS HIERERZD 1

Ti/Sr supply ratio  Estimated i in 0
Date Supply  Time [sec] i ) ) TiSr At(_)m|c %
[mol/mol] Ti/Sr ratio ratio
Ti 200
0.3 0.55 -
Sr 60
Ti 150
0.4 0.73 0.54
Sr 60
Ti 120
0.5 0.92 0.49
Sr 60
Ti 100
210910 0.6 1.10 0.76
Sr 60
Ti 240
0.5 0.92 0.63
Sr 120
Ti 200
0.3 0.55 -
Sr 60
Ti 60
0.5 0.92 -
Sr 30
Ti 300
0.4 0.38 -
Sr 120
Ti 240
0.5 0.47 0.78
Sr 120
Ti 160
210917 0.75 0.71 1.44
Sr 120
Ti 120
1.0 0.94 2.22
Sr 120
Ti 120
0.5 0.47 -
Sr 60
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# 6-4(b) EDS HIIERRT D 2

. Ti/Sr supply ratio  Estimated Ti/Sr Atomic %
Date Supply  Time [sec] i ) ;
[mol/mol] Ti/Sr ratio ratio
Ti 218
M 0.55 0.56 -
Sr 120
Ti 200
N 0.6 0.61 -
Sr 120
Ti 185
211001 O 0.65 0.66 0.76
Sr 120
Ti 170
P 0.7 0.72 0.75
Sr 120
Ti 160
Q 0.75 0.77 1.14
Sr 120
Ti 85
R 14 0.94 3.33
Sr 120
Ti 120
S 1 0.67 2.03
Sr 120
211022 .
Ti 150
T 0.8 0.54 1.35
Sr 120
Ti 42
U 14 0.96 2.46
Sr 60
3.5
£ 5| | 210000
‘© 210917
=25 |
£ 211001
8 2 L
S 211022
S5 | . .
o ©211108 Estimated ling
e ) -
s 1t T
2
205 t
0 -~ 1 1 1 1 1
0 0.2 0.4 0.6 0.8 1 1.2
Estimated Ti/Sr ratio
6-1 STO D HE AL Ti/Sr & EDS THlliE L 7= L Ti/Sr
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BIE AF ) —NEEIC K DERBHE OREL

T2 E T, SrOx [, TiOx AR AIZHMEE L, TN OBRE Al 25 Z & TRk STO
BEOFARRIE SUTi 2B L L 95 L #kAdz, UL, SrOx f& & TiOx HEOD pEGE 2> HEtE L
T HEERA L Sr/Ti (2%t LC, EDS CHllE L7-#iskkt Sy/Ti ICITFHBAR R o e o7, Sr
J5. TR A R HICHHE L Tb EEE RO £ TOWIEIZ SrifIZE £ D H0 235% -
THY., 2D TiOx BEORE ZHE L STO BEOMAILOHIEH Z XX TLE H Z &1
gini,

ARETITTAVE TRER RFRIAIRRT7- 0 281 25 3 AR I X~ CVD % A1 T SrOx i,
TiOx 5% 22 AAZARIES 228, Sr iz G412 MeOH 2 X A MRIZLEZb 0L, 20
% TiJRZ 4660 L TR STO IR DA 1T - 72, MeOH Z #4532 Z & THBEMNIZIERE L
72 H0 Z#H LI L TiOx BROREAZLE LW E ST ENEMTH D, 20 Sriifk
#a# 1217 9 MeOH b5 4 4 %% MeOH Wi & fik 3 %,

MR OHEEE 2 AT 5720, KEBR A OIRDHIT StOx I L TiOx ORI E 1T 7=,
ZAVE TOFERTIL SrOx I, TiOx EDNETHUME L TV 72725, MeOH i3 TiOx O iz
ICENEEREE B2 D200 ERHET D720, FBRHE ORINC—EH kI HO0 %L T
UWVRUNVREE T TiOox FEAZERL L, 2 & BT SrOx JEZ BRI L, 3 & B ¥ X — & SUSIF IS
X iE L MeOH Waift 217V, £ DOZITH 5 — Tiox A ER L 72, STO BEA/EROSE I W
2 MR OHEE BT MeOH Weift#% (2 /EHE L 72 TiOx oD RS B 4 AV TR L 72,

7.1 A Z = )VEEGERFRENC R SRR TSt Zb (211114)

PRS2 5 7-1 12T, ZHVE CTRER St TROBWEIZIZA br o FULTEF AT B
J— b (Sr(acac),) %, TiROWEIZIZTFZ BT EF L7 & b — b (TiO(acac),) %1
L 7=, Sr(acac), DIAEIZ 13 HyO % | TiO(acac), DIAHEZ 1X MeOH % FV 7=, ARIRIEE 1 450°C
&L, BT 2 FH 5 7o O SrOx K, Tiox BEOERUZ 1T A e il &, STO MO /EHLC
I Si A AV,

TV YA —EHWTREZRE LR AR 7-2 1077, /i3 T b FERIAD I Tiox
& SrOx IEDVER AT > Tk Y | TiOx BED FHI R BEEH L I1X 5,36 nm/min Th -7, AREER
TIHATEE TEIHED 0 OFEEZXIC LR TEW 1 FEIC Tiox IORHEETT 72 &
A, B IE 34.37 nm/min & FTE KD HIEFICRKEWVRIBELEE Th > 72, SrOx R4 %
5 L. MeOH ¥eifti% 2 /ERE L 72 TiOx BEDREH 1 8.46 nm/min & SrOx WERMERT L 0 13/]N
XL o TVNDHD, MeOH P& 4T - TR W FTE O BB & i35 & KREVMEE 72
o7z, FAE Ti/St OHEEMEOFFIZIE SrOx O FIFGEE 5.17 nm/min & MeOH {54
TiOx 5D A ELHE 8.46 nm/min % VT, STO IEOVERLCIIALAL HE Ti/Sr OHEEEA 1.2 &
725 59 SrIROUHERER] - Ti JROULKE R =82 sec : 60sec & L7-, MeOH ¥ DEER A 0
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. 3080, 60 7, 120 0D 4 oD STO A ERL L, & DOfHE%EE Ti/Sr % bhif L 7=, &g STO
HIEOFE UWERLSRIEER 7-3 1T T,

®7-1 EERREMT

Solute : TiO(acac)2 ™ - Sr(acac)z 2
Solvent . MeOH™ MeOH™ H.0™
Solution concentration 0.025 mol/L - 0.025 mol/L
Carrier gas [L/min] : 0.0, 2.5 0.0, 4.0 0.0, 25
Dilution gas [L/min] : 4.0, 1.5 4.0, 0.0 4.0, 1.5
Substrate : Si°, Qz'®
Substrate temperature  : 450°C
Growth system : Temporal gap type 3rd gen. Mist CVD system

2.4 MHz, 24 V- 0.625 A, 37
(Frequency, Power, Number)
"1 TiO(CsH;0y) » | Bis(2,4-pentanedionato)-titanium (IV) oxide, TCI ~ *5Si, 30x30 mm t=0.5 mm
*2 Sr(CsH;05), | Strontium acetylacetonate hydrate, Sigma-Aldrich *6Qz, 30x30 mm t=0.5 mm

*3 CH30H | Methanol, 99.8%, Wako *7Honda Electronics, HM-2412
*4 Deionized water | MillPore

Ultrasonic transducer

K72 PR

Sr MeOH Ti Growth rate

Film — Substrate - Time [sec] . oy o T min] c.g/d.g[Umin] c.g/dg[Umin] [mmin] 2™
Tiox 180 0.0/2.0 0.0/4.0 2515 34.37 23
Srox 1200 2515 0.0/4.0 0.0/4.0 5.17 168
oz 300 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning

TiOx 180 0.0/4.0 0.0/4.0 25/15 : :
600 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning
TiOx 300 0.0/4.0 0.0/4.0 25/15 8.46 2.28
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7 7-3 @ STO s /ERL S

Sr MeOH Ti
Substrate Time [sec]  c.g/d.g c.g/d.g c.g/d.g Repeat times
[L/min] [L/min] [L/min]
82 2.5/1.5 0.0/4.0 0.0/4.0
A 30 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/1.5
82 2.5/1.5 0.0/4.0 0.0/4.0
B 60 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/1.5 5
82 2.5/1.5 0.0/4.0 0.0/4.0
C KC-Si 0 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/1.5
82 2.5/1.5 0.0/4.0 0.0/4.0
D 120 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/1.5
333 2.5/1.5 0.0/4.0 0.0/4.0
E 120 0.0/4.0 4.0/0.0 0.0/4.0 4
60 0.0/4.0 0.0/4.0 2.5/1.5

ZIVE TIREE EDS Z WV CTENZENOERED 5 512380 2 Akt Ti/Sr O EME % 1L
ORI TSt & U7e, ARk Ti/Sr OFHMEAE R 7-4 127 F, MeOH YRI5
EDS THIE L7=fiAktl TSt iz oW T F ey M L7e /T 7 %K 7-1 1277, MeOH ¥if 41T
P SrOx i & TiOx A fEfE L 7= > 7L C TILHEAN OMA L Ti/Sr=2.82, # % / —
N E 1 TR 120 BT o729 > 7L D TIRMELEE Ti/Sr=3.94 & #HARELITH N L 7=,
UL, A% ) —VP% 60 BEfT-7=% > 7L B 1 MeOH i 21T no =%
Jb C KV AAUE TSt /NS oo, D F D ARERR Tk MeOH BEVFRF & FHLAEE Ti/Sr Df#
AR R BT S 9IIAF L T 7z MeOH a2 K % TiOx IED AR DL EMITEM S 41
2otz
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# 7-4  EDS &5 5

Supply  Time [sec]

Ti/Sr supply ratio Estimated

[mol/mol] Ti/Sr ratio

Ti/Sr Atomic % ratio

Sr 82
A MeOH 30 4.38
Ti 60
Sr 82
B MeOH 60 2.11
Ti 60
Sr 82 0.73 1.20
C MeOH 0 2.82
Ti 60
Sr 82
D MeOH 120 3.94
Ti 60
Sr 333
E MeOH 120 0.18 0.29 -
Ti 60
5
45 r
(5]
=35
=
e 37
<
=~ 25
X
% 2
z 15
& 1t
= 05
0 s s s s s
0 20 40 60 80 100 120
MeOH [sec]

B 7-1 A X — VPSRRI RS 5 STO FED N AL AL EE Ti/Sr
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72 AF —)VBEERERIC RS TiOx P, SrOx B0 plEd fE D28k (211217)

7.1 #i Tl SrOx i & TiOx 4 F&kE L STO IZ EDBE, MeOH Paifri2 T I A MRS RRRES
B L OSSN % MeOH BB FIZ LT, TiOx RO E 2% EL S5 Z & T STO KD
R 2B L L5 & L7zas, MeOH Waif ORFfH & MLEkEE Ti/St ICHBAIFAG S o7, 2
ZTH 99—, MeOH Viif 73 TiOx D& 29 D75y, MeOH Uiy SrOx DRI 5
BEBZIWONHETH L & L, StOx IO MeOH Haift &2 17V, % D MeOH 1
HRE 2 120 #2, 300 0, 600 Fb & 28 % 2203 B IRIZ AT 5 TiOx BED skEGE Iz Ehuig &

BT D00 UTe, £ OMESITHW- IR, 2EE, RBFERERE 71 HiLFAETH
Do

3% 7-5  ppEHE

Sr MeOH Ti Growth rate

Film  Substrate  Time [secl o g o [ min] c.g/d.g[Umin] c.g/dg[Umin] [nmmin] "
Tiox 300 0.0/4.0 0.0/4.0 25115 27.67 231
Srox 1200 25/15 0.0/4.0 0.0/4.0 2.09 164
120 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning

Tiox 600 0.0/4.0 0.0/4.0 25/15 35 234
Srox 1200 2515 0.0/4.0 0.0/4.0 153 168
Qz 300 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning

TiOx 600 0.0/4.0 0.0/4.0 25/15 557 27
Srox 1200 25/15 0.0/4.0 0.0/4.0 185 169
600 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning

Tiox 600 0.0/4.0 0.0/4.0 2515 871 227
Srox 1200 25/15 0.0/4.0 0.0/4.0 1.89 166

T YTV AN =AW THIE U7z B OfE R A5 7-5 17T, 1 BGOSR L 72
TiOx 50D pRELHE 1% 27.67 nm/min & 720 | 7.1 EiDEER T 1 & BHIZAEE L 7= Tiox PR[FRIERIZ
K& VIR E NS B A7z, SrOx Ak MeOH Y% % 120 FVT - 7=t TiOx RO pi s
F£1E 3.5 nm/min & 7257273, MeOH ¥+ % 300 7, 600 ) & < 2512241 TC TiOx DRk
X 5.57 nm/min, 8.71 nm/min & K& < 72572, MeOH ¥ % 600 F01T > 7= IC/ER L7
TiOx D REELEEE & . 1 % BIC/ERL L 72 TiOx FED pEFIEEE 27.67 nm/min & H#ed~5 & 3 4%
D 1IEETED, MeOH BEH S TIOX IED PR EZ KRE TR H D L HICH 2D, —
7 SrOx WEDRRIEGEFE |X & DITREIZHB VT 1.5~2.1 nm/min TH Y KNL—ETH 5, TilR
I3 MeOH |Z¥fE L TV D DT, TiOx BEDOMIFEITRIZ & MeOH ISR IZFAE L T\ 5
AIREMEN B D Z & & B 2 AUT SrOx IEDRNEHE X MeOH ¥EV DB L Z T W EE X L
b, 72720 SiOx EORBGEE TN ETEY LN -T2,

FEJE STO DR IE MeOH ¥EV % 600 FY1T o 7212 I VEHE L 7= TiOx i & & @ TiOx JIi
R I /ERL U 7= SrOx B D RUIFIEFE  (TiOx:SrOx = 8.71:1.89 [nm/min]) % AV T, TiOx &
& SrOx DR D b TiOx/SrOx = 1.2 12725 KL 912 STO % {ERL 9~ 5 JFURHIAG IR i) 2 5%
L7, RFERTIT SrIROBEREM X 230 £ T Ti JROMEREFIL 60 FL & 7p 572, (5R 7-6)
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F 7. AR E A A T D BB ClE SrOx RO BEFEEFRE] 1200 BV 2% L C MeOH eid+% 2 4
D 1D 600 B TITV, +571C MeOH VO E/H LNTZ X DT A T272%, STO EDIE
BT Sr RO MRS HE] 230 FPI2 % LT MeOH Wi %2 O D 120 IR E LT,

# 7-6  FEJE STO D /ERLSAE

. Sr MeOH Ti .
Substrate Time [sec] o 4 1| min] c.o/d.g [L/min] c.g/d.g [L/min] RePeattimes
230 2515 0.0/4.0 0.0/4.0
E si 120 0.0/4.0 4.0/0.0 0.0/4.0 5
60 0.0/4.0 0.0/4.0 25/1.5

YRR L 7= STO I DAEALIT EDS 2 IV THIE L7z, £RENOEIZKT L 5 59 OHfIE
L. OB TSt OYEEZ RD T, ENZNDH 7SI AN TSt O
SEEIE A2 7-7 W oR T, AU 2> DR U 7o AR b O HEEAE Ti/Sr=1.2 (2% L C, EDS T
HE U7k TS 13 1.24 & HEEMEIZIEE IS WRLE L 235 BTz,

5 7-7 EDS I E G 5

. : : : __
Supply Time [sec] Ti/Sr supply ratio Estimated Ti/Sr Atomic %

[mol/mol] Ti/Sr ratio ratio
Sr 230

E  MeOH 120 0.26 1.20 1.24
Ti 60
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73 AZ ) —NPEEOFINEO TR (211228)

7.2 HiTliX MeOH ¥ ORFFIZ IR U T TiOx BEOD Bl EE 3 N D 5 R 4 5 H4v, STO
BT b HEEMAL L Ti/Sr & EDS CHIE L7 BEANFER L Ti/Sr 23l L TR Y |
MeOH W2 £ U TIOX RO R A ZENMSEDL Z L 4R T&E T,

AR T 7.1 FilAAR St oG & Ti RO ORI T 2 Ml L7z MeOH % BUGHZ I
9" MeOH Vi DHF[E] 2228 2. T STO 2 /FI L7z, MeOH Waift ORF# S 120 D & & |
MeOH Vit DRI A 60 #5D & & MeOH Wit 2170780 o7 & & D 3 AT STO MO
AREE Ti/Sr Z i L7e, & 51T, T E TIC/ER L7268 STO R SrOx I, TiOx DA T
L CE7208, £ TiOox I, KRIT SrOx IEDJIETHERE L 7= STO EDOER 17V, Z D
Bkt b A L7,

STO D /ERIZ 1L MeOH it & 600 #2417 - 7o IR L 7= Tiox i & SrOx M D pliEH
£ (TiOx:SrOx = 15.97:4.05nm/min) % T, TiOx & SrOx DRFEE DN 1.2 12725 K H i
STO M& % VE89~ 2 & JFUBHIRS IR 2 58 E L7z, ARZEBRTId Sr i fb#aRef 200 £, Ti IRALES
R 60 B0 & 7e o7z, ZOMIEBRICHWZEER, 28, BIEREZR S 7.1 fiL Rk TH 5,
F 7z, FEE STO MIEDFE LUWMERISRIEITER 7-9 12577,

7% 7-8  FRELHE

Sr MeOH Ti Growth rate

Film  Substrate  Time [sec] o /4 o TUmin] c.g/d.g [Umin] c.g/dg[Umin] [nmmin] 2™

Srox 600 25/15 0.0/4.0 0.0/4.0 9.12 169

Tiox 600 0.0/4.0 0.0/4.0 25/1.5 14.91 2.25

SrOx o 1200 25/15 0.0/4.0 0.0/4.0 7.8 172
600 0.0/4.0 4.0/0.0 0.0/4.0

Tiox 600 0.0/4.0 0.0/4.0 25/15 15.97 222

Srox 1200 25/L5 0.0/4.0 0.0/4.0 4.05 173

# 79 FHRE STO WD /ER S

. Sr MeOH Ti .
Substrate Time [sec] cgd.g [Umin] cgdg [Umin] cgd.g [L/min] Repeat times
200 2.5/1.5 0.0/4.0 0.0/4.0
F 120 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/15
200 2.5/1.5 0.0/4.0 0.0/4.0
G 60 0.0/4.0 4.0/0.0 0.0/4.0
Si 60 0.0/4.0 0.0/4.0 2.5/15 5
200 2.5/15 0.0/4.0 0.0/4.0
H 0 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/15
60 0.0/4.0 0.0/4.0 2.5/15
| 200 2.5/15 0.0/4.0 0.0/4.0
120 0.0/4.0 4.0/0.0 0.0/4.0
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T U7V A NY = X0 VERE O B 2 B L 7R R A K 7-8 1R T, AFEBR T
WIDIHERL L 72 SrOx WD AUIEOH 1T 9.12 nmy/min, TiOx FEDWIZAESRL L 7= SrOx MDA s
W 1 7.28 nm/min, MeOH ¥Ei4 & 10 4317V TiOx JRAERAE 12 sl B L 72 SrOx 5l 4.05 nm/min
&L RRITS DD 72 W DSERIE S 5 Z & 1T SrOx MO s 130803 L 72, SrOx M4 12 ik
S L 7= TiOx WD plfsE 1T 14.91 nm/min T & - 72 7% MeOH ¥ 1% D TiOx 5D fl Bk 4 1%
15.97 nm/min & > ZHENN L 7=,

RS U 72 STO #ilE DAL EDS & JHWCTHIE L7z, ZREnD ¥ FZEs T 2 ERHHE
Rkt Ti/St DS A 2 7-10 12759, MeOH ¥ 21T 7ah - 72 STO #ifiE H ORI
Ti/Sr=0.63 & 72572, MeOH Wit DRFIE 228 2 7273 b il 217 > 72 5 F. G, H TiX MeOH
Pl DR 2 & < 32 1206 » TIEN OFLAEE Ti/Sr 131 L TE Y . MeOH Piif 28 TiOx &
DR % 2 S STO RO DHINC AR TH D Z L3 yinnd, & 2 AT MeOH Heift
AT o 7= STO EE H DR Ti/Sr 13 0.63 TH 7228, 7.1 HiTldk MeOH Ve %17
HFVERLL 7= STO MEEOFA L Ti/Sr=2.82 Th 72, O F 0 RIESLMHEFRETH > THH
FbIE R B DRER L 7r o7z, FToARTEER Tl SrOx D AEGH FE DL 25 L H v, A&
ETHHIEND SITRIZOWVWTHREL TALIVLERD D,

# 7-10  EDS I &k 5

Ti/Sr supply ratio  Estimated

Supply  Time [sec] Ti/Sr Atomic % ratio

[mol/mol] Ti/Sr ratio
Sr 200
F MeOH 120 1.03
Ti 60
Sr 200
G MeOH 60 0.95
Ti 60
Sr 200 0.3 1.18
H MeOH 0 0.63
Ti 60
Ti 60
| Sr 200 0.90
MeOH 120
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74 I A MEEFRFIZ )5 STO BEOFHAL L Ti/Sr (220111)

7.3 #i Tl MeOH VEVREH DR S 2% 60 FPLL Eod & & STO #EOFR L Ti/Sr 138 L #
1.0 Th o7z, Mz T MeOH BEF ORI Z N S H 5 & EN ORI Ti/Sr 3HEEE TS
W, FREOEMECTHIBWEZS O D0, 72, Srifl. MeOH %, Ti JRZENThD I A
MMIEFERER & 20012 U2 R TR A 1TV 2 b O A 1T o 72, FiE STO D /ER
I MeOH Weifr &2 17> 721D TiOx L Z D TiOx BEEEA ICVERL L 72 SrOx Mo Aok
1478 nm/min, 5.78 nm/min (& 7-11) & MW THREMIBGIF M 2508 L7, BEMEMRRIC T
% 1 [ H O SriFHERFFI 128 F, Ti IRALERERHIE 60 B> T o 72, 2 [8]1 B DO JFEHIIERFH]
TENZN 1 RIHO¥5THD SrifiHaERHIE 64 #b, TiHMHGERRHIZ 30 Th o7, £
DOMFEBRIC WG, EE, RERE R 71 @i FETH D, £7-. BE STO MiED
A LUWMERISE LR 7-12 12T,

711 R

. . Sr MeOH Ti Growth rate
Film  Substrate  Time [sec] . 4 o [Lmin] c.g/d.g [L/min] c.g/d.g[Umin] [nm/min] ™
Tiox 300 0.0/4.0 0.0/4.0 25/15 40.95 227
SrOx 1200 25/15 0.0/4.0 0.0/4.0 8.20 172
Qz 600 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning
TiOx 600 0.0/4.0 0.0/4.0 25/1.5 14.78 221
SrOx 1200 25/15 0.0/4.0 0.0/4.0 5.78 167

* 7-12 FEE STO WO /RS

. Sr MeOH Ti .
Substrate - Time [sec] . o o 1 minl c.o/d.g[L/min] c.g/d.q[Umin]  <ePeattimes

128 2515 0.0/4.0 0.0/4.0

3 120 0.0/4.0 4.0/0.0 0.0/4.0 5
o 60 0.0/4.0 0.0/4.0 2515
64 2515 0.0/4.0 0.0/4.0

K 60 0.0/4.0 4.0/0.0 0.0/4.0 10
30 0.0/4.0 0.0/4.0 2515

YRS L7z STO Wi OFAIE EDS & FHWCHRIGE L7z, £ EH ORIk L 5 R DfliE
L. Okt TSt OFEfE A RD T, T EnDH o 7T DI Ti/Sr @
EEMEZ R 7-13 1T, ZE0 I A MEGKRHAY Sr i : MeOH Vel « Tr Ji=128 ¥ :
120 7 : 60 » Toh 5 70 K TIFENORELL Ti/Sr 28 1.67 T o7225, Sr i : MeOH
Jetfr - Trii=64 ¥ 160 # : 30 B & I X MERIFHENA Y TV K O THLHY T /VL T
NN OFAECEE Ti/Sr 1 2.41 & 72 o7z, 55 6 EDFER 210910, 211022 T b JFEFO HHAGIRFFH]
Z 02 LT STO R % (RS UAHRREL A bbl Uz, 56 6 B oD F2BR CTIIEHI R 28 R
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Sl TR U 72 STO IEDAARLEL D J5 A3 TR O BEAEIRFIH] 2 243012 L7 Soft TYE L 72 STO
JEOMALEL LY b RE | AEIEITHKTHRERE RoTz, ZILHDOFERTIL, JREIO S
RT3 B WS TR Ti/St MR & < 2o 7o DI, #RERIKICE - 72 HhO & Ti JiZ G
T2 BICENTWE FZATEA L TIOX ERRE L7z b Th L EHEHIL Tz, Lo L,

4[5l MeOH %t % 5 D 7 i@ STO D 1EHL T 1L FUR OO B IRER] A3 EL NSt CHABR LE Ti/Sr

NREL Ipolz,

# 7-13  EDS &S £

Ti/Sr supply ratio Estimated Ti/Sr Atomic %

Supply  Time [sec] [mol/mol] Ti/Sr ratio ratio
Sr 128
J MeOH 120 1.67
Ti 60
Sr 64 0.47 1.20
K MeOH 60 2.41
Ti 30
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75 AZ = NWEOFIMEOEBHE (220118)

857 B CIXZ 2 F T MeOH ¥t 2 VY, IENOFEALEEDY 1.2 D STO IEZ{ERL L L 5 &
T2 8D IR TR 21T > T & 7o, 7.2 #fi, 7.3 fiCld MeOH Weifr OR§fHIAY 120 ) THE
TEAEIZITVORNFELAR EE Ti/Sr 215 G722 b b 63, 7.1 i, 7.4 S CIEEBROEETH
KRR L OHEEE & IE TR e > Tz, ZH Tl MeOH Pay% 23R 412 TiOx IEDO Rk % %
ELSETNDDN G720, KEITIES 9 —BE72T, RSN T STO RO/ 2 54
BrHZ &b LT,

STO I D/ERLZ 1L MeOH i & 600 FY1T > 72 I /ERL L 7= TiOx I & % @ TiOx RN
BAZAERL U7 SrOx MED R BGHEE (3 7-14) ZHWW T, TiOx & SrOx OEED N 1.2 1272
% X 912 STO % VERLS 2 25 JFRMILKG RER 2 58 1 U 72, ARSEBRCTIE Sr JRALFARER] 200 £,
Ti JAHLFARER 60 BP & 22572, L L, ARFEBR T TiOx PO AU A ek X 0 < SrOx
HEE D RSB FE S 7.4 8 D FEERIFRRE 72 6D A BB FE B TiOx/SrOx 2549 1.08 L 55 7 #D
INETOFEREHE L CT/NEhoT2, BRERIED I AN, 70 M2
7.2 HiICHEPARECEL Ti/Sr 2549 1.2 245 b A7 MRS IRERE] Sr: Ti = 230 # @ 60 D& L
T2o ZO & X OHEEHRIL Ti/Sr 1X 0.28 TH D, FOMIEBRIZH IR, T, IR E
RETIHERETHD, £io, BB STO MIEDZE LUWMERIS 133 7-15 (27,

# 7-14  RREEEE

. . Sr MeOH Ti Growth rate
Film Substrate  Time [sec] ¢.g/d.g [L/min] c.g/d.g [L/min] c.g/d.g [L/min] [nm/mln] AN,
TiOx 300 0.0/4.0 0.0/4.0 2.5/1.5
SrOx 1200 2.5/1.5 0.0/4.0 0.0/4.0 - -
Qz 600 0.0/4.0 4.0/0.0 0.0/4.0 MeOH cleaning
TiOx 600 0.0/4.0 0.0/4.0 2.5/1.5 7.58 2.21
Srox 1200 2.5/1.5 0.0/4.0 0.0/4.0 7.05 1.70
7% 7-15 FiJE STO M /ERIS 1+
. Sr MeOH Ti .
Substrate  Time [sec] . o o TLmin] c.g/d.g[L/min] c.g/d.g[Limin] Repeattimes
54 2.5/1.5 0.0/4.0 0.0/4.0
L 120 0.0/4.0 4.0/0.0 0.0/4.0
si 60 0.0/4.0 0.0/4.0 2.5/1.5 5
230 2.5/1.5 0.0/4.0 0.0/4.0
M 120 0.0/4.0 4.0/0.0 0.0/4.0
60 0.0/4.0 0.0/4.0 2.5/1.5
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RS U7z STO #ilE DFIE EDS Z AW CTHIE L7z, £ ENOEIRICRT L 5 59 OflE
L. ZOfRkE TSt OYEEZ KO Tz, ENENDOY T BT HIENALALE Ti/Sr O
ERIE 2 7-16 12T, #ECEE TSt OHEEEDS 1.2 Th 5% 70 L TIIIEPFLRECEE Ti/Sr
= 1.72, FAZLE TSt OHEEMA 028 TH HH 7L M TIIBENHLAL L Ti/Sr = 0.37 L 725
7o RFEBRTIIAMIE DL TiOx/SrOx 235 7 BEOMOEER L U /S < Sr JRAGERER 23
54 B LN T3V TV L OFENFILEEE TiSr 13 1.72 £ 72> TEY . BEOHIE I A /2
ETEHRLSARERAILE 5 Vo TeOIT D ERDEHRE & 3R> TWe k9 Th b,

# 7-16 EDS &k 5

- - - - —
Supply  Time [sec] Repeattimes Ti/Sr supply ratio Estimated Ti/Sr Atomic %

[mol/mol] Ti/Sr ratio ratio
Sr 54
L MeOH 120 1.11 1.20 1.72
Ti 60 5
Sr 230
M MeOH 120 0.26 0.28 0.37
Ti 60
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76 F£E&H

ARFETILE 6 7 & [AlfE SrOx fE, TiOx A28 AIZERIET 223, &JFEFOMIZ MeOH ¥
T S HFEEICTER LT HO M LI L Tiox HOREEZMEL2WE2IcTs2 T
STO MEDHLREL Ti/Sr DFIEI 258 7=, 55 7 = CTIER L 724 STO IEDMEKEL Ti/Sr & 1 DI
FEOORLELOZEK 73 18T, 7.1 BiCER LY 7L A~D ([ZBIL CTid. MeOH
Vi e O S Bb B9 BEPFRER L Ti/Sr 2AEEE 1.2 126 L TREVWEE > TV D,
7.2 fii, 7.3 fii, 7.4 #i, 7.5 #iT MeOH iz 120 ATVMER L7=Y > 7L E, H, 1. J. L
DOENFRELE Ti/St 1% 0.5 1F £ DIRIUVIEIX S 2 2 HEEE 1.2 [SEVWEED Z LN TE Tz,
IREHEE ISR Z G DN B &2 5 TRV AR S 5 O BAIN: 2 R Tidn
TRVA, TS EIO X HICFEBRBIZ LY TiOx & SrOx HEO BRI LN K E < Bp-> T D
ZENEROBEMICET b D,

45 211114
0211217
g 4
= 211228
()
£ 35 220111
£
o 3 ©220118
s
0\02-5
L
g 2
2 °
<15
5 °
E 1
0.5 o
0 e
A B C DETFGHII J KLM

X 7-3  PREGAE 1.2 (2% 5 STO FEDHENF AL EE Ti/Sr

BSENDE TEE THIERH OHOIZ TiOx B L SrOx JED BRIFEHE 2/~ T & 7=, &
WIS 25 mmol/L,  FRIEIEE 450°CCIERL L 7= 2 COHEORRELEE 4 77 71272 > b L
b DM 74, ¥ 7-5 1277, TiOx BEOERIZ I W THERIRIZ —FETH H0 &3t L7z
Ba LX) TRWGA TIIMEHENRE S BR D Z ER0ho TnDH T, ERNZTD
JE A VERL U722, £ A ISP Lz 7y oz syitiz, K741k 5d,
ZTOFEBRBICEY HO &3 LTV 7220 Tiox FEITEEGEE Mo 6 0 L 0 RO TK
&<, FH TR 35S nm/min Th o7z, ZALH LSO TiOx 132 O EBEAER AT 1 BTN
JSIFIZ HO 23 LIAATE Y . BRIFEGERE S 10 nm/min LLF & 725 T %, MeOH P # 12
VESL L 72 TiOx B I RRBGEEE I 8~16 nm/min & 50%FREDIZ LS N -1z,
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—J5 T SrOx EZ DU TUXERTI A DS AR L 72 DN B0 & § s B (T T 23
BN, N ERE TR 2N ZE D 5D Dvbin S T- o, F25k B 512 B 0 R i
ZRE LTz & ZATHEE STO MR A RS 2 BRIC StOx IEORBHE R Z > T L E 2L
HI ORI O A ERLIS 2 Z L IIAFREE 72 D, Z D728 StOx ED R DR LN 5%

DB E 725,

45

40

Growth rate [nmymin]
= N N w w
ol o ol o (8]

[N
o

6]

10

Growth rate [nmymin]
(6]

%] 7-4 TiOx D R EL® &

%] 7-5 SrOx O [k JE5a FE

60

Initial

After Sr+ Ti

After MeOH cleaning 600 sec
o After SrOx
e After TiOx

e |nitial
After Sr+ Ti

After TiOx



SH8E THE STO MO LU ERHAE

T Z & C MeOH i & T STO FEMEDREAL L - il L, PRI Ti/Sr=1.2 @ STO
WIS L D LR, TR R IZE S o Tn, — HAETIIE 7 = TR
U 7= PSR L Ti/St 23 1.2 fHEDH o T VO WEFERZFHBRICE L TAL Z L & LT,
BE LY v 7V OENFLALL TSt &, SrOx I E TiOx IO REGEE Sk Lo
STO HEIEDFEEIZ DN TIEER 8-1 12”7, L L, FBITECTER LS 0V 7 midi
R L 2 il B9 % 72 9512 SrOx i & TiOx (il 4 Fif A B 42 CYERL L 72 B (Ll 72 STO i Cd
L7280, 22 1L Y725 T 600°CT 53D ZNZ T=b D& BB ZNZ TWRWZEDE
FOWEBEOLFHFERAWE LI LT,

#%8-1 7 = CT/ERL L 7= STO FERBED IEPNAREY E Ti/Sr

Estimated T/Sr Atomic
Thickness [nm] % ratio

E 147.35 1.24
F 1.03
G 79.71 0.95
H 0.63

HFFEERIIA L E—F AT FITA P =2 HWTHIE LTz, 3  7WIf LT3~T7 i
DOFEMCLHBREZIE LZOVEEERD -, K9 TV OENMEL L TSr & 475 E
FaX8-17 ey b Uiz, £72 13 HIIR Lz b 3 X Rk gei OfFFea 5 it SrTiOs
FERBEOERL L BN ) AN SN TWD ANy Z Y 7 TERL ST STO IO L5 E
FIZOWTHRIBNTR T, kT — 212 K 5 & BENFEAE Ti/Sr 23 1.0 O STO IR E
FN 200 THHOIIK L, AEBRTHONTZT =—/LE L TCWRWESE STO IO i ER
& lF12~342 LIEFIT/NSWEE 22572, —F T 600°C, 553 DT =—/L%4T>7-F&k& STO
WD A E S, 1L 6.9~180 L 7T =— L EITIRE D & I HITNEL ot

FTT =— /LD STO HEOFEERN LI E D /SN L2 TIE, Srox il &
TiOx KA S ET OB SN T\ H e, 2FD 2 7 R ESNC 10 fHEER > T D
DERURBIZH DD TRV EZEZ BILD, BRARECITZ T I OHEMES, 207
Y OlEdE FHWT FREO X 5 IR &4,

S S
C=sa =& (D)
ESNZIRNZ 2T o OBRAE RO
1 1 1 1
e T T 2
C C1+Cz+ +Cn @



DR EE XD, FEE STO M2 £3U N CIEPRAEEE Ti/Sr= 1.0 OB . SrOx & & Tiox
WO R EOE S I3 UL (dy = dgy = d) BEFLTWEDOT, BRARD 5 bIHERS
RSEIFZELL WEEZEZLNADT

S &S &S
L2 %0 %00 _ 3)
dri dsy d

LB, L3HDFK 12177 LTz, StO DEFHEHRD 15, TiO, DELFHEHRN 80 # 5 & |
SrOx ¥ LU TiOx —J& 43 DERA By Cspld
Cri = 80a (4)
Csr = 15a (5)
TREND, 4B StOx %A 5 &, TiOx @A 5 DG 10 J& TH 5 DT, STO DIEEIX
dsto =10d L 720 | #ERD & Z AFEkE STO O ERA #Csrold

. S __CnCy __ 8ax15a .. .S
STO = &sT0%0 7 T B0 ¥ 50y 5x15a+5x80a - oF T 4%y

S
= 2.5380 (m) x 10

(6)

S
= 25380 dSTO

L%, DFE D BABAYIC SrOx IR & TiOx w23 5 J& 3 Offkg L 7= STO Mo ik s =RI%
253 ThHrERFEEIND, T=—% L TOARWERIED LLiFERe, 13 12~342 THHD
T ARE Y O ER R TWD Z LA m iR e Ieolz, 7 =— 1% b IER STO #
JBEOD L B SR 8 SRR & 0 BV 2 & 122U TEE 600°C, 5 45 DEKLER Tl SrOx i & TiOx
O EIRBIC LR Z > TW RN Z E BRSNS, 7 =— /% OFfE STO KO
FERNT =— a0 H/NEL o lzZ LT o0 TiE, BV 2 N2 7= 2 & T SrOx
i & TiOX VOB IE 2R E ETIEDH DA, KEOBRE D Lo 778 EOZEAL)
RONFZOTIERNNEBZZ LD, 5% I VFEL TR,
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200

Thickness = 200 nm
Ta=600°C

150

<100 ft e ff L[ (147.35nm)
o RS (79.71 nm)

—o— 55 3k ]
50 |
o
P [}
[ ]
0 1
0.8 1 12

Atomic % ratio Ti/Sr
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i@ STO Ml e E %
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200

150 +

< 100

S0 |

Thickness = 200 nm
Ta =600°C

o {EHLMR (147.35nm)
® {ERLE (79.71nm)
—o—- S &Skl

Atomic % ratio TV/Sr

8-1(b) 600°C. 5 7 DELH %
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BIE S

STO 5% Ti/Sr th=e, & OO EBREAFIC L 0 FEmEEN R | EXRAEENRE L
M B2 ArREMEDS & D HE TN T D, HERTHEL Y IR R M K= RV ¥ —TiEH
A[REZR X A b CVD {E& HWT STO #lEA/FRd 5 2 & Rt o 25 m La A s
L. #ARZIE Ti/Sr T2 Z L2 AimTOBREL Lz,

STO JERLDF AL HIENZBI L C Sr(acac), 1% HoO (2D A fi HLIZYEMES 5 — )5 C TiO(acac), I
BRI HoO 292 & Tiox il BRHR 72 < 72D, DF D Ti & Sr il R — DOE
% T STO il k42 = L i3k, £z, Bilx OEBIEM L C2EREZ
OHEFAT 25 3 #HARI A b CVD THEZ1T-> TH Ti AR FICFET D H0 &K
JE LTS K9 T T AEENICIEA LS50 20, JFUEHOHRE H A &L T STO JEfEOHE
FREE DK ZAT 5 Z LTk o7z (4 %), & 2 CReHAIBR7Z 0 2R3 585 3 A
A F CVD T Sriit& Ti AL AEIZHAS U St IROEHIZ N TV D H0 28 Ti i & ST 5
DEPE /RN B, SrOx & Tiox A FEE T 5 2 & TRIMIIZ STO AR L. STO #ilE
O ZHIE L L 5 Ltz (5, 63), Lo L. EDS THIE L7 Ti/Sr 13 FUEH A
FEIIKE L TUEE A ERBADR R B L7220 o 7o, B R BITHERS L C b JEUBHR AR IZ HoO
DEELTHDLZENFERND 1 S>THD EEbN=DT, Ti FHFARIIC MeOH YEif 21T 9
T & CHERR S A MeOH BRERICIT-S1F STO IR Z(ER L= (7 %), ZOHERE MeOH ¥y
RFEILT 6T U CHEE /R EE TY/Sr & TERUE ORE AL TSt IZFEBEAY .o a7z (¥ 7-2), MeOH
PeVp AT H 2 & THOARIRICIE D HO 2L T 2 E RN bThid EExbND, L
7> L MeOH Ve DRRRT 21T o 7255 7 = CHEE AL & TR L Ti/Sr IZARBIA L &
NIeDix 72 fi& 7.3 HiOEBROZRT 7.1 i, 7.4 i FEER TITHEEMALI 0 U TR
Ti/St \IZHHBIE R & 417273 > 72, MeOH Wi 217 9 Z L 12 KV TiOx ED Rl 022 EARIZIEAL
YLTed, FERAICLY SIOx EDORBHEN K E S B> TLE D Z EDFRED—>TIX
RVNINEHEER S D, StOx IRD RN L E L7 WE NI DWW TR R ORFEIZIZE & 72
Do T2, SrOx a2 L CTERT 5 Z & A HIRIUIE I A b CVD & v 7= STO DAL
b Ti/Sr Ol 2 2 Hivd & Bbihvs,

FEJE STO R DRFPEIZEI L T STO WD FE R R HI I IXE S 720 o 7oy, BT E T
FF7- BN L Ti/St 23 1.2 £13E 0D STO WD L 2 E Uiz, AERIZEVLEE DA K12
B O 3k THE SN TV B BERIZITE o 7= < Jm@d e 2> 7208 TiOx & SrOx s
HEL TWAKOWFEERELEFRFEOETHDL Z ENgholz, DFEVENZENOHEILZE
N2 OMWEDO L OBHETWD Z EDRRIAEND, £72 600°C, 553 OESLEETIX STO #
TEOFEE A A TR REIC B L S5 2 E kAN 2 L3R Stz 4% STO JsAE
FUZBI LT, BT ORIEN TE 52 /EMEOH 57 mE A2 HET H L L HIZ, SrOx
N & TiOx IR OFERE 3 2 B D &8 DIEHR0 | it OBLEE D IR E | RfE] 72 & 7272 SrOx
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MR TiOx EMIENEAER-7-2HDOTIERL, EbA b Lz STO IREERIZT 572D
TRERIOWVWTHIERTINERDH D,
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ARWFIEITEHR D3 i A LR R R 2B LA SE R 2 T U etk s A 7 A T =2 —
AMBIE Y 2T 4 T TNT 7 ) a P —REBICBW T, JIEMNBEEEER O ZHREO b &
T L, RFEERNEHBEEARICIIIREHE & L TAIIEOEmOER % 5 2
TWeEE, ZOBITICH T > THRAR ZHREWZIZ X £ L, AWFREEICHTEL Thrb 44
o, BRORD TN LT CTE 285 21F> TIHE E Lz, JERZEIROEe. Z O
FERICHTIR L T T IERIEDER D REATERE 7o L BVWET, AYITRHEHEICRY £
Lice HUNEHSTSVELE

[FAFFEEICATR L TV 2% BES AL BIVNE S AL ZHBESRAE . CRFmAE, g7k
B AR S AL RIS AL BEHRAER, TN FEE, BTFERE., @mAFOEE, /I
BAHE . MRIEER | EEEER AEERSE, IHEEER ISR To TR %S
SWielZEE L, LRYVEHP L LT ET,

[FAFFERICHTR L TV 58 BES ATIITHIEZ T 9 T L THRWIFH 2 —#Ei2im =
LEL BISALITHENDFROIE LTI ZLNTEE L, FLEOMHNTIELERIC
ONTEL DI LEFELTWeEWeZ &, HHAESS LEL TV E EE LI
FEAEEZBTEE Lz, ABIZHINL ) TSNELL,

[FAFIEEE DF R Tl 5 ZIFERE . FC A S KB, ARSI o, itk s
Aoy BRAERICIIEEL OBR T2 TWEEEE Lz, $RMKR2VWEHEe, h— 7
—AIlk DAl a=—varlel BUWIREAEEZED ZENTEE LT, LV
Mzbone > TINELE,

FLRRISRD ETHARPACAFELTTER, VEORFELEFFAT L, AT OSHRRINHE
LTS o eFIRICE S EHH L BT £,
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