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by Atmospheric-Pressure Solution-Based Mist Chemical Vapor Deposition

> T2 7uY—0XRBICLXVENERZIILD T 2EFESEE, WAy MICILE
ZECIN - BEALTWE, 2hiZ, 7/ LRXADERDEEICKE L RIEEE L Fi - ¢
22 L (ERREEE)ICXVERL CE L, BFE, XEROBEFHEIE LT RoTERYE"
D—HETH D HLE) 77T v MoSHATEHEZED T2 [1], MoSyIE ¢ i /7 M I £ H
FeRbI WD CENTZBEFNRELZIF O LPHE L LR Y DDH %, MoS, DIF
glclx, RAHEBESE» S —E 3 oHEE L, FMICizE 3 2 8 0H B (Mechanical
Exfoliation : ME)iE L E XM K (CVD)E, M X F v —(MBENEC ANy 2 v
TEB—HRICHONT WS, TRUODFRIEIF[FONIMBDO YA ABH/NhTH B L
(ME)®, BEICHES T AL F —DHEP K E CEREAM V2 E VW (CVD, MBE, A%y XY v
Mo ZfEERATYS, 2070, MoS: B2 EN B IR ICHIfE S ks
bhfkARe L CEMMIEOHAEZ T, TENCHICEE> TR, 2FH, MoS, F#l
ICHE W THERDREFESZ 2 B 2 RN ICHERT 2 2 & IZIHNEETDH 2 7= 0 FHHY 72 K
BEEM ORI EHTH 5, £ 2 TRIMIETIE, BRFR - FEEHAEHBERLFTEL IR
LM ECLT, I A b CVD)EIC L D MoS: OfFfllx, chboif@EE kLA 2 T
EMCHICAT 2FLE A TETH 2 LHEEL, RBRICIYMHATE 72,

IR} CVD2 &L, MM ITHE % & LRI 2 AR U 72 JFORHA T % B S BRE) I X
> THLL, FRERHERZ SISHFHN~ X L, MEWL 72 HK Ec#vorfg3 5 2 Lic X
DEEREHEIR A B 2 FiETH 2, (WDRRET 0 v R TH 5720, BEZEBREHER ICLE 5 KB
REBBAANECEBEERAGECHZ L, QIAMEHRITZADL I TR LB &,
BB G)ILHEMERAE L EHCE 2 2 &3/ ETH 5 [2][3][4][5][6]. T F Ttk
FHEEAMOCTRICM B OBEZ AR 2H1E 0, 2L LVWIIETHE, Lird, K
R TiE I A b CVD Z W CHRERF L CTIHIER LS 7 2 o 72 JEFEIF 22 (K (400 °C), 22D
KEET T MoS, DEIEICHIIT 5 & ) ERICREN TR LG, £/, ZhETIC



LEE LT, BRABRMHTICE D MoS, DIEH % EAF 1 72, X 51T, MoS; & [FAIERIC fE k&
ZFib, KEGEM O CWRIUE L FEEM R, B 72 BRI X 2 B A F ~ 0 )G T 4,
BH, BRACHAPFEI N TO AR X(SnS)IcEHL, 32+ CVD & v THUK
L, Z DR HFH % 1T - 72,

Rk, EF, XERoBEBFMEE L CERBI AT 2ERYE, FTdRERLY
D I A MEE LM E(CVD)EIC X 5 ARG O 2 O RN IC BT AR BUREE L o
72bDThH 5,

FIETEHERICOVWTENS, &EHILYREFOFREL T TIcED X 5 ICHH
I, XKMROBTFMEE L CHEHINZICE - =R, HTE O R EFESE 2340 2
2, “HICAERLTHONIMERHOI 4 XBEFICHNTH 2 2 L, BIEICHES =40
F—OHBEPREZSBREAMAE VL Vo EFERICOVWTERL, ZhbxE AR
o Hic > wCh R 3,

F2ETEAMECTHMT S I 2 CVD OFHMIco> T3, £/, ERDEIRIKE
ERIFAT & iR L 2B o fli e 2 2 F CVD 2V CEERICY R EIRIE 2 /F3 4 2 E&
WKOWTEKRT 5,

FBIECHAMETEHL TV EIMEO—2TH 2 ZHlLEY) 77 v (MoSy) D5 AR
¥ G)I A+ CVD I X2l E X 2 OFFERHITIC O W TR 2, SBITIHEIC B W TR
S o L % 1T\, Y 77 v (Mo)RTBRAGRE & & (SRTRAEIC I zhZhte) 7
T VIENT v =T LPUKAIYI((NH.)sM07024 * 4H,0)E FF 7 L 7 (CH4NS) & A X/ — )b
T 48 WA EERIC T T 2 2 LI X DFRIL 22 RHER 2 A L, 400 °C AT T
i E 72 MoS2 % 30 mm AR EHICH > TH— I TZ 2 2 & 2L 2T L T & 7273,
FERRICHE I N EAEREE2E T 52 L EHATE T d oz, AEICT, FEEA
B BME(TEM) %2 Fl v TIEE: MoS, DI E 0 BIEM B LR L, milisfFcfFRL &
MoS: 1Z 7~8 D EK 2 Fioc L WL I LT3, £72, TEM 2> 5 155 d 7= Wi i i i
ORREN 46nm BETH 2 LHEL, BEEOHEHREMH W fTo7zaNz) 7Y A Y —
T X 2 HEMBHTICBL Tk 2, KT Y 7Y X P Y —IC X BT T, JEWRINERER
S LRI T 2 2 e AARETH 2 AV T VIREI T2 H T T v %
L, MoS; DEHRFEER LRI L 2, ERFEERDEL o WIS FEEHLZRS
TLEHBHOLNTWED, MoS: D A, B, CilEFDERKICERT % a0 — 7 ZHfEZRL T
Wb, IHIC, RFEEHETHEELZ MoS, BXRMICHKRT 2L EbNE2 ANy V¥ vy 7RO
g DY — I BERINGZTN 2L, MERFETHERHINZ MoS: XV D EMETH S C
EBRBEINIFEREEONZ L BB D,

4 FETIE MoS, & FRIBRICTE IR EZ 75D, KIGEiMho WIE 2 EEBM R, B
R I X B B A~ o JS A, B, B IGH 23 A RE X 40T B Bi(E X X (SnSx)
D IR CVDIC X BHIEER B X R R B L Tk~ % ,SnSx D KB IC & 72 U, MoS
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FRlIcE W CEKEDOH S, | 2DOFERMH L=y F%FD2¥G IXF CVD & =2l ko
B L=y P B2y F2OHELAEZIR N 2RET 220 0RAR(EIEEER)
ORI NS HE=ZMARGrd G)I AP CVD #HWTHIEZ TV, BEEZ KL TWw 5,
Z R (Sn)HT BRI Hi AL 2 X K FI(SnCl, + 2H,0), it i (S) i EX & iC F 4 7 L 7 (CH4N2S) %
AL, 20 b%x A2 —VICERLERERZEN L 2546, 224G I A+ CVD Tl
300 °C A E, 394G I 2 b CVD TiF 250 °C LA ETHUE L 72 %~ 7 © Raman 73 ik 5 5
SnSx DEMICH KT 2 v —2 0o/l AR LT3, L22L, XRDMIED S 2 G
IAMPCVD CTHIELZZH v 72513 SnSx ICHKT 2HiER Y 7 F AR B LB VDT
LT, 3¢ G I 2+ CVD TR L 724 ¥~ 7 v SnS, i i3k 5 2 AWM % £ - 72 XRD %
Z—vpBllTh, BRI A4 2 REEAER I TwE L EZHL2ICL TS, 2D
FERICBIL T, 274 G I A+ CVD TlE, —2ODEMWRHPICEFIC Sn & S BTENK Z A L <
JERA % (E8Ld 2 2%, Z o BBLICIAB T TR ATEIRR 2 A I KIS - ZE L, BUE
FIG IR OB RREU Lo SBALETH > 72720 ICEHMHE 7 SnSx M %152 C &
BTEhrolzEx2bNE, —F, 399G I A+ CVD 2 L 2856, ThZ o ikl
BREED IR IPHAICHEEZ RITT L ACER ECKIGL 2 7-® @ E 2 #HE %155
N7z BEHEL T, %7, TG-DTA IT X 5 A0 R 8) o fENT 5 R 2 © S n HiiBK A A% 250 °C,
S HiBR{AR 2 170 )CRECHDMT 2 L 2HLPICL T, 61T, 3G I A+ CVD
ZAWCTHET 2 Sn & SOHEAETH S22 Licky, REABKRSLHEHELZIL T2 2L %
HO2ICLTWwd, COEBTIH S OGEIERHICAR 2 1ICONTIEK S W2 WE IR
DHHEOBEHOHERE 2 L BEOMEOWIERHICAZ L ERL TS, TN S 20EFE I
BRBICONT L R X(SnS)BEEENT B EHEHL TWwd,

BsETEAMETHONZEBICICOVWTHEST 2, £7-, 5B OERICO W TR
~_3,

TERPE  EERBACA A VA X VEEICHE oW ZRIEER 7 7 v T

T —NANEDOF W THEBE LB EZR>UEDO C &,

RINFETHUFRETIE, I A CVD KXV ERA RS EBRCYHEEOFEIC kL, &

BB L C ik, fERFE R & N2 M L M55 DL E o s e 7 R 2 1R 8

TR AHEL R0 T E T,
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1-1 JERwE L 1x

JEIREEE & IR A A v REGIC XY BRIENC RS S0 W 72 i OJF & & Ff 0 Kot
EAEBICERT 27 7 v T AT — A RO XS B2 M0 L CEE L 7-fE 2 RomE D -
LTh 2 (1], Bk, BE(C)%® MgBr,® Cdl.Z D~ u 7 v{L4)E, Mg(OH),% Ca(OH),
Lo KR IE, EBRETTRL AN a7 VY ITROLAEYTH 5 “HULE Y 77 ¥ (MoS2)
Tl b x v IR T v (WSe) FICREINLE S E)E X4 #ra7F 4 F(Transitional Metal
Dichalcogenide : TMD), II-VUL&EYITH % GaS RIV-VULEYI D PO, ERFEDOREL L v o7z
A O IRWE B FEST 5 (2],

12 ERYE N ML

NS JFHIRVE ZJF N L CTHTARAE, 2% )+ ABERELZZT 5 LERIES I~ ZHH,
s 2 2 & TR AT, COFREICI Y 7777 74 B MoS: (i < 2> & [E Al
& LT 2SI I N T & 72, MIATIE L L CIEIRME OWE R (AR % 7Y 2944 v
CHINL, DS B A BB i DR BN ICEAT L 72 0, H D IIHR R EREA L2 ) LT,
itz x5 L3 cH 5 (3] [4] [5] [6].

1-3 797 xvDFR

2004 4, Konstantin Sergeevich Novoselov, Andre Konstantin Geim & 1%, fRFRH 7 ERYE
THD7777 A D 1R TEEXOYECTH ST 7 = v (graphene) Z HFLCH) o CIERL, Ff
PERFAIC B L 72 [7], 2010 4, ZORRICH LT/ — Y HEE R RS S, DK,
Novoselov, Geim HICX > THL LI INAZZ T 7 2 v ZIZ LU D & T 3 EIRYIE 3B DR 7z
HHEICL S OMFREPELEZRL, BAKIELITbOhTw2

JEARYVE \CBAS 2R 2 BT & e 072777 7 = v iE, “RouKEEICHR T 2 IR ICEN
EANFEZFEF O LB ONT WS, ZO—200, FRTH otk & b L CEAEINICE
WY U TBEEEROC L THDL, F¥ Y THBHEL L, PEEKPOET LY, ELOBH D
LTI 2RIMETH S, ZOEXFEVIZE, GWEBETHEST 2, 2% ) mEREsRT 2
Bl e TED, MINITPEERETLE L UERAINZKFEMTELT 722 ) 2 v (a-Si:

7



H)DOBEEL 1cm?/Vs THEDICHTL, 777 7 = I3 10000 cm?/Vs Dfiz o L HE I N TW»
%5 [8l, &bic, 79723 x v 7 ) v IRy FREEET) 2w, Xy 7 ) v 7Ry
ix, EERORHMORMICHFIET MG 2HFORANEFOZ L THE, Y VavDk)
72 ZRICHHE D RIMICHAES 2 ANE T, FEICALETHEETH 2720, )i+ CEM D
WE(rZy NEndzeicky, FEoBEAEZHVWTLE S, vV avolhs, KHEIC 2 20
v 7Y v IRy FBFEEL, RENDD “BEZIBET 2, 2F 0, XV RER L2 HER
THAHH LT 5, EFE, WHic X 0 FRTFEREOM EZHIEL T 2 LidBicdbli 72, £
DXy 7Y v IRy FOREZMHATE RS RV D22H 5, ML T I77 2 VIFRAICKE VT
Yy 7Ry FBFEL WD, FiExE7R 5 2 & il - mERILoER BT 5,

1-4 BREELSA IrarF 4 F~DiFH

FEHICENERNFEEZF22 7 72 v ThH D, "V EFy vy IRV EDICA VLT
DHIEHBTE v, DED, FEERET L LTONHABE L, HETiER 2BIcLTERE
B2 BTV P Xy 72418972 2 L 3ARETH 2728, B 77 = v L HIRT 5 LM
37 LK Vv, ZDR0IEE T, FEEEMECIE AR B2 BRAIEREARE IC X ISR R
& LCocHBfFE Tw 3 [9],

ZZTC, V77V eARRICERECTH Y BNV F XYy T2 HT S, BERRELL AL
2% JF 4 F(Transitional Metal Dichalcogenide : TMD) O &1~ DG 23R X 4, KA ICHFZEDS
fTbh T3, TMD & i, EBEEITH L 16 TR (Hhrvar vitRk) otaEY<TH H, MChy(M:
BEEEICE, Ch: prar v R oftERXcRINIPHEORKTH S, BLZ 60 filHo
TMD T 2 Z EDERINTE Y, ZDON3 5D 20377 7 = v L [FAMKOJIREE % F50
PG Eh T3 (1] (2], EIRWHE O i3t =4 7 (NbS,) 5ift 2 v £ A (TaS,) ® X
I BB R BN AR T DO HbEY 77 v (MoS) ®hifb & v 727 v (WS,) D & 9 i
AL LCOWEZREO D DBFEET 5, g MCh, 2T 28 EtRick2b 0T, =4
7(Nb), 2 v 2 (Ta)DBHEEENR A5 0ERL, Mo W DA, HEAkOIEHE % 5>
TEBMEINT VS, $7, MoS: D X 5 icfbEHILF U TH - TH T DEEGH) DEWIC X

D, BENRE2ETVERTIO,FEFRDL I RL2TVERTHIOLEET S [2][10] [11],

TMD 327 7 = v LKk, BIEETH 220K HOX Y 7Y v 7Ry R4, FikiE
KOFER & 7 B MET O, BEROMESELIC v, 72, Si DX ) ICZRICHEE 2 oY)
BLiifiy, ERORTBEPR VD, RGO hvEt 8255 b 8f5schbs
BYRINDG, ZnooBlA s, KRG FERR TR LTEH I TWw 5, TMD %
DIFRWEE ¢ Wamicxy 7)) v 7Ry FOREATF) 2RbHIC e W HE2 S, i oE
RSS20 RE LTHONE 2L b H 2 [12] [13], @, R LicH#iEs sk < ¢
BEE, W E KR S S 2ME O T EREBRG LR i a s kv, HEIKE SR S8 2 @0k
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TEBD R 256, HIKOHKEDOF, 2 W REAFCRESELVIHOREAF NI & F
LNHEICOTABEL, FMEAEEL2S2 A TER G, 20720, KT ERIEL LY
BELE2EE IS 2720100, BEECYY 7 7)) LFENS 2 DOYEDE T EBDF ¥ v 7
(RS 2D 2 -0 Il OEEZFAT 2% L vwo =FiESAVLRS [14] [15] [16] [17],
MR ECTIE, HlIEY 7 7 A TER LicEBEEEEA L LCEHEZED T3, Bl vy
7 L (o -InO) KD /EELICER ) flA T2, 7 7 4 THEMRE a-In.0; 13[A Uit & (= 7 ~
& LHERE) B FOD, BT ABAEDOES VA 15% L IEFICKE L, iAo In0; % KK 3
TEBTERDP ST, 22T, Ny 77BE LT, LAY 7 L(a-Ga0s) R LIk (a -Fe.03) %
AT D LIk, TR EAEMS N, Sie o-InOs DREICEYI L 72 [18], @,
ZOFID XS ICERE ZOE EOYMEOK T ROEZMY 2 TRBLETH S, L Lk, K
WEFBRAEL DL WERWE L, W TFAEAYLERT 2 L8 e\ 720, BUAHE 22 SRR
ThHhbEEZR D,

1-5 MoS; D

B L2 40 HET 28R TMD o cd, RARMGRPEHRINEDIEEY 77 v (Mo) & hitd
S)ofeecd 3 —hifte) 77 v (MoS) D& TH 2 [1] [2],

MoS; %, N7 T 1.4 eV OREGERRIER, HIET 1.8eV oY F¥r v 72 FOEELE
BRINER L 22 2 HIONT WS, ZOfERY Y av el Twb e, VY7774
—ICX B, Ty F vl oKD T AL R T u e 2B E L CHATE 22825
MEDT N4 R DB X2 BHRFTE 2 [19], FoLoWE T, ¥ v U 7B A 200 cm?/Vs
R DX BT AN AR L T3 61h B % [20], 72, “RICERWECTH 2729,
YV avo L) h=RITMELL D BIEADRITHA D v & v ) ke, JEih L b EXEN
EROFHED O, WHFEFHEZED TWE 7L F U TATANA Z~DIGHBBR S hTw 3 [21],

TEK, MoS: BN 2B FHEETFOC L2 5, i< 2 D EAEEA & U CHBMI 20 237 &
NTE7, MoS, SiEEMREZ RO DL, JERMEICHKRT 2db0Th I eEZLN TS, JEIC
L CPAT R HE (¢ AWICH) 2T 7256, BEOHEGIE 7 7 v TAT7 =V 20 X5 73EH
WA THEBL w2720, RGICERL, 5, CoOEROW Y 2 EZEAHL T2,
P D L — v L g O, ZEEEICE T 2 EIERERO X O REIEL T KR L D b {F
LT 2R 01E 9 AR WA, FERICEIEL AT s aviEEoME, FHEMO X S
B2, WEZEAIFFICKE , MAEEHIMER 2 2 WERIR CEIfE S 2 L& 0 I
WHN D, FEEREEE, AR 27U 2 4 ML 72 0, Bk % KR 5 o S B 1 A &
7oiE, B - EE SR LCEiEERE RS w2 [3] [4] [5] [6].

DX HIT, MoS IHIEIAVICHSIARECE 2 Ml ch 2 L 52 5%,



1-6  —#%i) 7 TMD SR ERLT %

— %I TMD %AEEL3 2 TR 3B RIBEE, (L SMHREE, TR v i o — k%R
Hb, TITIEHENETNDFEICOWTHET 3,

1-6-1  BEM A (Mechanical Exfoliation)iZ:

HEMR Y ) B (Mechanical Exfoliation : ME) i & 1%, & ah/E 78 KR EAE LS D S v 7§ s & B
Uil %, BRICHRE L CHifi %2132 Fi5CTH 5, Novoselov, Geim L3 4]DTZ 7 7 7 4 b
O HEZ 7 7 = VORISR L 7ZBBICH W= FETH 5 [T, Hik 677774 i
—EFOREETE 5 LB SN T2, Novoselov, Geim o (Z#IEE L 7231 H % fH, B
BICHIE 7T 7 = v ORHEICOWCEHIE L 72 2 L 283F E iz, ME BIFEICHiEAFETH 2 7%
®, MEICX YL 724 v 74 2 I CTERL 72 754 2OPEREIZE S i T hvTwe b [22]
[23] [24] [25],

1-6-2 AL %M AR (Chemical Vapor Deposition)it:

{b- 5 A% (Chemical Vapor Deposition : CVD) ik & 13, #HE A3 2 tHR % & O SUAHATK
i, F 72 1ZAH P EAERTEAAR 2 ] & 2 D77 ECARMHIC L, (LRI X VSR Z /[ 2 FiETh 5

FERRRNTH S, £/, [MHE %o 2HIEMEICHELEZHINT 5 LLEICEECIERE TR L
Elm 7T 7 A<IREL Y, {LERIGZRE S 2 77 X~ CVD(Plasma-Enhanced Chemical
Vapor Deposition : PECVD) T, K CORENRFEIHAIGETH 5, K1 CVD FIF K & 72
BT ZE L 2 E OEEZFH S 2 Z L3 ARETH 2720, TEMNHARICHEL -FETH 5,
72, LV EMEREEZE S O ICRRIGCF 2 BZ2E R Y I X VPR L 7208 o IR %2 17 5
J£ CVD(Low Pressure CVD : LPCVD)ik23® %, ##H D& T CVD(Atmospheric Pressure CVD
APCVD)i#E & i3 2 &, SAHATE A A O JHF- I8 i S s, o % D FHBITRESKE <,
R BIcHE R E 2T T 5 2 L A R[EETH 5, APCVD #EoBA, SAHATEMAD B BT
BANT Wiz, ACERICHETT 23 X MG EE 23 IEH 1c/h & < (BkHadhk), Hi b
LBV THARND LIHIOBEEREL o T LT, H—AREOME252 2 & 8L v,
BRI A XBRKELmBIcoN, REOAE—IIBHE L & 5729, XY KHEER~OBEEIC X
LPCVD 28 L T3 52 5,

TMD iIcB5WTlE, ZELLMEDEEEZITS L3 CTE 2055, CVD % v 7o iR A%
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L MEINT VB [24] [27],

1-6-3 43 f#RT ¥ X F ¥ —(Molecular Beam Epitaxy)it:

5T v & ¥ & — (Molecular Beam Epitaxy MBE) i 1 4 B! 53 #H i & (Physical Vapor

Deposition PVD)iEIC I N 5, HEWRERNO —~HTH s, i Fo—L i3, KoM
A — DL AN G I 2 U T 5 2 & TH %, MBE I A E 00T, HEIARRTERA Z F v 2 [
Y — Z MBE & SUARTBRA Z F v 3 %4k —Z MBE @ 2 223% 3, [k — 2 MBE 04, &
VAR (V) NOERFTEREZ INEA T 2 C Lic kb, 5o KRS eI E S 5, 2o
& RSN DOET % ~10° PafRE OB EZZ IS 2 L ZFK L 20 T O EmTEIZ S X % 1000
km &7 2 70D FICHZE ST 5 2 L R K EMRICENET 5, 2D XS iC, B—2D X5 HRIEHIC
ECIEEE RO T OWMNE TR E 9 o BIERAR Z BT 2 ZEFIRITBEFUNEX 2 H W S 1
%, Al AT AR T 2 58 BT L —F — 2 B L TRtz 2 kb 5 5,
E{k Y — 2 MBE O34, HiEAEOMHERIIEtLOFHICH T Oz v v 2 — 2B+ 2 C
CICX VST 2, Bz, MoS: Z S 2556, £3 Mok LDy vy X—%F%, FEiIC
WX E B, 20k, ICFNZHFRL7ZE, SOErDs v v 2 —%FA%, ERICEZEx 3,
INEBEVRLITS 2 & CHALZ B ICHIEI L 2230 1T ORS¢ 2 2 LAHRETH 5,
SURRTENRZ Vv 2 72 Y — 2 MBE 0856 [Elfk Y — 2 MBE & [ARRICEEEZE % (R o 72 UG
AN THIERTOI S, BRI ZOMERII~A 7o —ay b —F—Iic X ) A AR Z IS
BB TR (ST b u ) ESE BT XY A REAEN 2 HI#$ 5 EHIET R e i
KAl iz, TR T 2wk k32 (28] [29].

1-6-4 AoXw &) v ik

ME i X 2 KJECIE, KERHENRIC—EIc TMD 2&E3 2 2 3l cdh 2 2 &<, ME ©
HRIEE DA IC X o> THD B ICENEL B L o 22 3E 2 RS 5 72912, MBE & [[IBkIC
PVD o —fiCch 2, Rty 2 v 7ick 2 TMD OFEARIEI T w3 [4] [5], 28y &
Yy ek, ERXVDREax—7 vy b2fHT 52 Lic kY, KufEHEMRIC L CEES
D7 A ERE S FRAgECh b, 72, X—F7 v MCHEEEZMHHAT S, b LIIEKD £ —
Ty bEEHT LIk, ASEBEOFERATRTH S, LYY, Fthe vork
LEYOBE L EE L ERIC, FARFEAKHICCHE T 2 EDLAME —7 v 2T 2
& LA OERAFIRETH b, 72, (KAWL —7 v b 2R T I, BILPEK T,
23 (0,), E LW ci3 RN T LYER < lE ik R (HS) FEo KGN A2 E AL, ZD
FHR P CHEET 2 2 L ic X VLAY AR 2 2 L BRETH 2, (LAYEE ORI I,
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AT B RIGHEN A & o THITEIA T RETH % % 72, HERIER o FIRMEL S < HE o 8

FBBGERE DI LE LT 5 & &, T OEE o i o E % I[E] 8 ) il i e 2 © &2
B, [y OYy F20) Cid/h~ R, @G IR SR Tk e L C RN S
Tw3,

TMD fEflicks\nCd, &Ex—7 v b HS 7228+ 3 Lick b, FLWRERYE
DEETEE LTS hTw3,

1-7 FERFEDOMELS

1-7-1  KIEERER~ D B

HRCHDTI T 774 FHOHES T 7 = v R ERL, BEEH I B3 L 72 FiECTH 5 Hh
FIRIEE(ME) 1L, flifEATFETH ) b @B R ER 2 KT 2 2 L ARECTH 2 72, BIE
TH ZOFEERACTT A AMER S, B8RS St <3 [12] [23] [25], Fijkind
BErRdBELE L ME TH 228, SO0 M A APKELTH~1 mm? FBEL ZDKZ
JICRRARD 5 b, BIEOBMEEOMHEIC X 0 WEICEREL 5720, LENFHICIEA
WTH D,

1-7-2 FEREFHEH~D XA =

ME I X 2 iECclid, KiEfEERIC—EIiIC TMD %ZkiE+ 23 2 L 23WEich 2 2 &, ME @
BEHE QPR IC X > CHEO WEICENEL 3 L o B E RIRT 220 A Ny 2 ) v
DA —RENICER 2 N CTw 2, HEMERC, KAEERIC—EICKBICERTE 22 26T
EMFIFICEL TV 528, EvT AL F — & Fff o 72 MR 708 iR m i @ize, (5357
®, FERPHHREICREAE LTV EHEE LTEZ SN S, MoS, ZDJFRYIE % i fis
T HERICE, ERKRIEAFHETFL_XACTHEEHTHENEID 213 L, EORWHEASELNE 2 &
WEINTHY, ke LN RENS 73 (h-BN) S mica 03I T2 [30] [31]
[32], HEMRICF A=V HGZTCLE D ANy 2 Y v 7 ClX, @iE AR E SR o (3L R
THEENTHEING -0, HIA~GZ2WENNS KRB X R TRPBETH D,
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1-7-3  BRiE &

JE K — % TMD fEBLF3 e LT S T\ 3 IE CVD  MBE, %%y £ U v 7 &
BAHEEZREEE2200EN-FETH 2, BEAMEVIBE2O A2 LFEOL VT
EThHDLLE XD, TMD % CVD CTHIEST 254, EKRFEEZRAIEST 208D 5720,
700~1000 °C &\ S FEFICE WABRE A B3 2 2 L AWE SN T 5 [24], 72, LPCVD AT
12 0.1 Paf2f, MBE #E~10°REOBEEEZLHE L 3 5[25] [27], 207k®D, e—%—L 2D
WHIO D R, BERBEOMFFICERICKRE A ANV F -2 LEL T 5, —#1Y7% 300 mm
ERTHICE T 2B NHEEEAEZX 1-1 1R T [33], CORPLHLI2 X5, BERY 7 TH
BINDZZTANLF 132K D 13%% o T d, KR - KRETICE W CEE Rz KRS
e TcENR, REAMEMICORLNS LR THEING,

L-
.-
.-
.-
-

Other Heaters
25.3 % 23.6 %
Fab process
Other | eauipment Loadlock pump
56.6 % 43.4 % 103 %
Chmber pump
40.8 %

Fig.1-1 —MMAFERTIZICE T 2BNHEHEREG, RERICRIEZERY 7 TOHEELN S
EOK13% L, 2L EHHTVWB I LhbH D,

1-8 WEHM

B XS, ZNETICI A CVDIC X T MoS: % DBBEE/EZ A Arar + 4 Fgiki
JRASEIECT & 2 2 LIdA L2 LT & 7228, FEREICHmBizIc X v @RS 2 A L 72 #IRE R 3
BREANTVE 2T TE Cnind o7, £ & C, iEBME M H V- CWmsE 2 8l L,
SonzEBE» OEEER KD, KT ) 7V A M) —ZHOCTHRFENBRTZITI) 2L L Lz,

¥ 7z, MoS; & Rk ICJERIEE 2 Fro @Bt o —FTdH 2L A X(SnSx ICEH L, BEE
K OFHERHIE 2 17 5 720 SnSx EICHE VT, F M I CVD v 27 L L =M IX T
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CVD v 27 %R L, Z2NZhOFTETER L 72 SnSx HE O R % g L 7=,

1-9  AREwX DR

AKEiClE, KX OBEEOHEICOVWTHR~ S,

B1ETEERICOVWTERS, @EIYREOEIRELZ nETIiIclD X 5 IcFA S,
RMROETMELE LCEH I NS ICE o 72/, B0 IR Az 2, —Hich
JRLTRONZHEMD I A RDIER N TH 2 2 &, MBICHE ) = AL F — DB KE L
REAHZEVE Vo MEMICOVWTERL, o % E 2 2 AR HINIC DWW TidR %,

F2ETIIARMIECHEAT 2 I A F CVD OFFUC D W TR 2, %72, HEK O RIS /E S A
EHB L ZBEoR R I A CVD 2w TR REIREZER T 2 BR IO WTERT
%, 72, IAF CVD ZHlwTE-H I W2 BEHRILYEEO M Z M0 L, RItsEoFatkicow
Tk 3,

B3 ECTREANETEH LT AMEDO—2TH 3 HiLe Y 7F ¥ (MoSy) D5 L2 G)
IR} CVD ICX3EES X% OREEHITIC oW TR 3, Fodifl X 4172 BURNAR & BRI S
THEHLL 72 MoS2 I IR E 2T 5 2 L 2R LTz, 72, TEM 2> 618 5 N BEEOEHR %
FAWTIT o720k ) 7Y A+ Y — I X 3 HARIENTICBAL TR %, ) 7Y XA Y —IC
K BT CIE, TERFIECTER S L7z MoSy 1CB 3 2 ¥l & Heiit L, I X + CVD 28 TMD fF#d
FEL L TFERICAETH L B INfEREFONZZ L 2R 2,

5 4 TTlE MoS, & FRRICIEIREZ i D, KIGE O NTIE CHEEMRL,  #h 7 BERE
I X B FEAEWE A~ IG SR, 10, BIICH 2 HARE S LT v 2k A X (SnSx)D I A F CVD
I & B SR X ORrERHlIC B L Tk~ %, SnSx DEEICH A D, 2MG T A+ CVD & 3rd
G IR CVD ZH W THEZITY, REZ L Tw 2,

BSETRAMETHELNZHBICICOWTRIET 2, $£/2, SHBOEMIcOVWTIER2,
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2 IAFMCVD

)

2-1 JNJEIEE, IXF CVDICDOWT

AR CTHERL 72, I 2 MEERMHBR(CVD)E & L, W2 RS 2 TR % & TRk % AR
U 72 JBHAIR 2 S I X o THL L, BRFERRAWR i 7z L 72 UG NERICERE S vz, 285
HELL FIC BN L 7= 3 ECBVM iR 2 C i X W A5 2 kT B [11[2][3]. ek X W H
WHNTEEBERTFETH S MBEIE® CVD L, ANy 2 ) vkl o e FRIIHIET 5
7D IWCEZERE MR Lt R0 i b nwizy, EEWMESKE 2D, £/, BEGZIC
RIFMZ2 T 2720, BEEEAFIREATCLE 5, ML T, I X+ CVD IZIEH I 72k B
AL, BIRICEEREAYBIEL L nz, ERTEEIEL T, HhEv o RERBRE K7
THILNARETH B,

IA L CVD YR T LI, RIGHF & IR OEGEEOIRICLY, 774 v F v 2 EFOR,
V=7V —=ZLSKX, Ty bvr+—LHW)RD 3 DICKHlENE, 774 vF ¥R IELF
WY, AL R R RO SO N IC IR 2 3%E L, %2527 CHh 5, CoFiEIE, RIG
AN~ & BA S N FRIFERRE A, RO A b Do 22/ e & h, A L i~ L iih
T A, OB/ X D ENRETAEL, EROTESH KT S5, 2oL ¥, RIGF
D FL DA b 8 <, BEEITHS ClRFEA 1 Ic 72 6 720, MEAE A L 5, HELE
BT OR T E2MIEE 85, 7~V HEREIEIERER S, 207z, IR MEHEY
AP AL L 23 oD C e BFE LN L, K CRIF RS % &, FEABAA L B
Tlicky, EMEFADONBEL E~= 7 X AGRBHEAET 2 3] [4e TORMFICK Y IHRA~L 2
A AU B, ShERIICHR E~EEEE TS Z AR E NS, Ky by — A
1% 1980 FR 2 2> HHAFEDHED b N T & 7o RFFE TN RE L 72 BN ICHIRERRATR 2
BAL, AHEEMIPL e —2—IC X VMET 2 L WIMKOTETH 5, HEEZIMUD S
BFaclicky, @mimoaEENED O FOICHD > TREARBEL 2, oL EHEAIN
7= BIRERHARE, AEE P LIICHRE S Nz~ i Tn <, S, EiRYE 2K
YR CHE o TEBEIT 280Kk & WO PR D -0 TH S [3], TOHRICTL Y, shERICFER
B FRICEE S 2 L HHRETH 5, HEDHWBIINEKDOE CVD LFAKTH 5729, A
b — X —CHREATEETH 2, $72, YHEEOF Yy bvr—AFRIfEHL VWS e —2—3
FTBDT7 7 AV F R ANLSTROE =2 =X 0 b XY ERICHETE 2720, EabE 2k i i
ZER L2 WIREFICESTH 2, V=7V —RFRIL I A+ CVD % K2 DAY I 3
2D ERINFETHL, 774 v Frarfihedy byr—nRid e b ICBHSHL 7=
FOGIFN iR Z (Rl 2 Fikch oL, V=7 v —2fhRide—%— LiciEf, HEiE
PE L, BARCL 7R CRM 2 R IS BB & 2720 b BIRFRHAR 2 R & 1, #iEx52, 7
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7AVFXANTREF Y b — ARSI DAL O 272 3, R L L CoidE
DI A, Y b vr—AHFRE ANEFIC XV RIS, V=TV —ZRFTRUTKIAREER
BT E 2 L v ) i RIS FI R 2 Fo28, KA CcoMBEIC % 2729, 22/
FOERL Vo 2B THEL Y BIRALSL TV LABRINE, 207D, BWHTRE
DEEEREE RO b b, T2, KAFOMENLEELAIE LB, BlrfEsns, By
Il AR BRI IE, RAH OMEHRE OB T TE 2208, BALYASL O FRIEIC (2R 23 A
e LTl 720, NETHLEEZD [3]

AT T, BESEOM EDEDICERINZARTHE 7 74 v F v AN FROKIGF %
FHV>T MoS; 3 X U SnSx Il DAF % 1T o 72, AT R AER L 72 BR L, FOEE O B D 72 o 1
i3, B ICHEER S N FRMHE S L EARRI R TH B Lo, AHITH B RGAF ORI L 21
fLDREE S EZEE L2720 Th 5,

Fig. 2-1 AMIRTEALLZZ7A Y Fr2LARXI X MDY RT L,
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(b) dg. furnace

OOOOOOOOOOOO

substrate
Quartz tube M
< y
[}

o

(@) (©)
dilution/” /
gas
carrier| (N Reaction space

gas | i 1 mm height

—=pt &l Exhaust gas
S OO:}‘OOOOOOOO b *—7
= coluti : cate su stratc

= solution substrate heater S urtain- llke ﬂow

- Fine C el str
ultrasonic generator Fine Channel structure

Fig.2-2 (@)FCZ(b)HW()LSZ I R bCVD Y X T L DN, TNZTNICEAR 255 %FL, A
BICE>TEWDIFBNDE, AR TIFFCH I X FCVDY A T LZFA L 1=

SE Xk [3]1& 9 51H

22 RS —ikl DR

IA b CVD BRI, REAET CHRIEEZFA L 72K EFE L LCAT L —ERd 5, A7 L —ik

X, HSEREROTE % BTN 2 EICRE F, 2o T 5 Z Lic XY ERETEK T
%, WHBRIRIC I N 5 B FRBANT CH 5, WHICF O DT 3 X — 20T 5 Lk
FmIcEL AR L, WA L Vo Z2TRIRICE T 5, IR o K 2 WHHIc s &,
KIA A RIREN D ER S D, Z DIRBID 72010, L L o R 2R TR AR S L,
MUNIR & 7o THBEI N D [3], EER(T b~ A F )M/ NEHEE L S E 5720 ICHINT 5
IAAVF—DFHICL>TC, BT F~A¥F—, BLNT F~vAF—, [EZALF—=T <A

, RE) AL =T bwA ¥ —, BRZANLVF =T b~vAF— BZAILT—-T F~AHF—

SHEEIND [5], TFEICLVENID B, JLZ 0.1~1000 pm DEDOHEAHFON D,

IZFCVD b R7L—iEb ke, UM Z W5 & vy A2 oxftba s, 27
L=k TEHINE T b~ A4 F— 3 UNEEZ ST 2B CmEE 2 52 CLE ) b, FAE
T2 NEHDORLFED AN T D E RS W, ZE L 2GS REECH 5 & v ) R &
—7i, IAF CVD Cfli ¥ 2 HEKEHIL, FRE N/ NGHEOERI/NE <, ARRITINE
xR0, HERNICHD 2 D ARETH Y, JFRMILE 2 Wk = ic X - <l 3
EDARETH B, Eiz, EMINDWHEDOANT O E NP, H—REELZE 5 2 &R
xNn3 31050
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23 JEIREEEEIC BT B I A CVD OF)H

e > X 512, ME® A%y XU v 2, MBE °HHKD CVD & o 7z FiE TR,

- ME 06, KERELAEEE2» D, FHHREICZ L CRERLE Lk,

F ANy RV 7T ERCTEEL 256, ST Av¥ — 23 2 SRR T 0 Bk C R
ICHEZE S 2720, RIEBAELCR TV, £, BWEREREL S 7201E, HEii~0 &2 A —
VEEET 270D TRBMBETH D,

- —f&EIC TMD fERIF & LCERA ST\ 3 CVD % MBE, A %y £V v 73 fsfEdlic
R2 T ANF—HEDPIEFICKE , BRE~D AR,

EVoEMBETONDL, TN DRI TIEICH LTI A CVD L, Sk LR, Wi o
Fr ke Of e feo, [URMAMZFIA L 72 BIEFETH 2 720, KERBERICK L < — A2 Y
JEATIRETH o MARAZ DZEFEE LV A IS SiB Y IICER L 2B, #IARIZE S 1078
TR, BhROTEHED, FAT Vv 7a R MHREVIFHEBHMON TV 3, WAL ER
Yotk & i 2 LI IC RSB DI S, RSB BMRER MRV 720, &k & oo
ke OBOBE ZHEL, #RL L CREOERRRALESSZ 2 & L7%2 [4][6][7][8]. D
BRI, @IS L 727 74 v Rk 2 i T L 72K, Kt mcE H 2 2 tkl
Hicd s, 20747y 72 8, T2+ CVD AT 285+ um ¥4 XD TH
STHIIZEEZOND, 2F 0, FEWARDSERFICHERET 2 2 & R FREZME L A2 S5
WEZEYEZ, SR~ 7L =2 a v pdl, EREHCH > T —2@dEs s h 3
EEZOLNDG, HITMRICENTIR IO XS BUNEHTH - TH, 747 v 7 v X FIIER
LTI oWT, IAF CVD OFHAHMMALZIRA Ty F V7L w ) FEIC KD iED:
HOHNZERREINT WS, IR+ CVD DgE, MWK 2 0K % & O RENAR % Bt
L, RIGIFNICERE X Nz~ e Mok T 528, Ix v F v oo}, Ty F v imegZll,
ITyF VIR~ EREAMNTEFETHS 9], TOMETIE, Ty F vV I/ WROBERIKIRL &
RCTIAPTYF VI %2T, KL, NEYOREMMKRTH 256, WHISEENEL
v F v IRBRONEYNTIZMYB R SN, —F, NEYEERIC LGS, Ty F v 7 ORE
FREIC T 2 Z L BER I Nz, ZOMEDLS, FAT7 v 7 X bhRICXY, Ty F v DR
H2RRECcEDLN, ZORKICL s Ty F Y IRNEYRT v F v 7 SNBSS R S Ll
¥72, IA P CVD ZHWT 4 A v FHBITH L TE{L 7 v 2 =7 A(AIOX) & BRI L 7241 <, %
D IR D T N 534 238 % & KRR IS0 LT — A ATRE©H 2 2 L G S T 5
[4]o U EDfinr s, [MREMREZFIALZIAPCVD R IA4A Ty 7 X PRI X Y, Kk
ISR 3 23—l 2 2 2 EFIECTH S &L \vwx b, T A CVD T, JEE I X F o
NWICHEEZRTE, 62 7 AVPRRICFORANDOKE S ITkF T 2720, FREICIEKT 2
TLEHARECTH D, T2, FAT v 7u A MREBICH 2WHIE T4 7 v 717 X MREE T2 W
L T, #1000 (SREEAFFR SR 2 2 ERHELLRO LTS [3][4]. 2%,
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JEEL I 2 b o TR OR S, BIREEZFRASER I A F2SREICEREL 2 L 2T ERS
CART DL CHARBCHET 2 Licky, ERKTEZLHAETCHD, LoT, TA}
CVD I KHBELVIEFEICEGTHL LR THING, 5, I A MIRKEHTH %720,
W AR SR & v o 72083 O FH G R ORI T & g L CIRET 2 2 L 8T & 28K
B—D2% v, ZD7, EROBEMIC X 2 KEETIIATARETH o 7o lils2RET 52 L
DHRETH 5, aFfliIZtBl 3 2 2%, B+ um BEORED I X b IHHEE 2 b KIS N £ TOHE
g DFEP T I A FFAESBHEREL RV L6, FEHRLOEME R KGN 2 2 HEFE R D K
Vo IR MRIEBES ICHEZEL R WEHED2 S, OGNS IR P EXT S LY b FRITENE
NI L 2B ZESR» OHFBEL R I A P 2 —EABRNCTRAET 22 Lick Y, IrEoMMpito
JERES R T Z2EZ C ERTE B, fEKD CVD TIE, R RS MU EE S 2 LART O WX FREK D
@R CHER LSRG L T L E 5 2 & CHRMABRMEREE T, EETIcER 0 )R 2 5 L 7

&, BEEARIGL, A4 VUERFICIEC TRBEAAE L CTL T S 2o, FHRIGH DR
ECIIITEOHER OB 2 FE T2 C L NEECcH 5 [10][11]. £/, IR CVD I, 204

AL ERHBRRICOEI NG, BHE OB CVD 5 & RIS RIS R DRI ETH % 7
9, HEERIL R O BRI L Cfibitd, I A+ CVD L, KIboR#EZHIE LT 7
A<x#fiHT 277X~ CVD RAXXy 2 ) v 7D X5 ICHEIRSLHEE~DX A -2 H52 52,
BESINE T IX2E2FERAL AV LV ARS8 2 2 L 2RSS,

J& K —#%ic TMD fEBLF e LT S T 3 IE CVD % MBE, A%y £ U v 7 &
B rRRE S 227200 EN-FETH L2, BEAMPEVE WIFEEIEZ TS, T
f, HHP CHIBRBUR O UGE IS U OEFR ISR S LT 5, 2015 FFE TILER T REHEFEL L
THIE X LTz 2 L =7 LAFFE HEE (Millennium Development Goals : MDGs )IC & % #i 7= 7z H AR
ELT, 17 o7 a—"LHEEE 169 O 2 —7 v bGERIERE)D O 7 5, Frbic il HE e B 7 H AR
(Sustainable Development Goals : SDGs) 23 HlliE X 41, 2030 4F £ TITEM T~ L, FETHA RHLY
MADBITONTWS [12], 17 57— "\VHED—DL LT, [FXTDALD, Zifin:ofF
FTE DR TRERIERI T AL X —~D T 7 2 R &R T 2] BETFON T3, ZOHHD
ERHEEC HR2MEOZ AN F—EOWELR LT 2] LHEINTEY, ZHLF—H
ZDOHIPFIT DWW TIX 2030 ST T L ICERPE T 2 2 e A TFHEIN G, HEEEICE T 5 1H
BT AN F — DHEFIC AT 72877 KL ORI 2B TH Y, MBI ERRIREE S L L
W3 A b CVD IZ SDGs D HIZER D720 OIEF ICHE i ch s L ELLN D,

WA T, KR T MoS, MEEHL % B3 2 72012, JH 78 HERE (Atomic layer deposition : ALD)
ErHOCTREINZ2FDMEINT D [13]. 2OFNC X % &, #0.13 Pa D EZEEREEIC T 60 °C
&) KR T MoS; OIFRUCHII L 72 2 L S RE ST b, Lo Lt s, REL 72Kk (as
deposition) Tld, 7ENL T 7 A7 MoS; BSTEMEINTH Y, MoS ICHRT 2R 7~ v A~ |
L XRD N R —VEERT 2L N TER Y, 2D, W% < 72 i FEH 5 T 1000 °C
DO T S KT =— Lz e 25, FifERSGE I Nz, KR CTHREMRETH->TD, 2D
BOWHPEMETH 2 L2 b, KRTHEEERICEMEREREZIERT 2 2 e hAREEL WL
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x5,
D EoMED»S, I A CVD ALY REREEIEEIC I T, fEREIMTIc 2 WHlSRZH L T
W3 EEZ5,

2-4 BWEICHEINSZ I AP CVD IC X B HALYERE D F]

2-4-1 CZTS ¥EEFH Tk e L CoFH

T E TIC D JFERMERGIC I X b 2 L CRLEiE & iR L 22 RSB0 H 5, SIS (2015)
IC X o THEF TN T, CuZnSnS«(CZTS)HEE D FRIF L & L CRMIERIC I X P25 2
I A b HERE I (mist deposition method) 23 X 10Ty 3 [14] B HEIC 13K (H20) %, Hil(Cu), HFiER(Zn),
A A(Sn), WE(S)DFAIEAKICITZ N Zn, HALH(I)(CuCl), HALHS(I)(ZnClh), LA X
(IH)(SnCL)ZfEA L, Cu, Zn, Sn OHIEKAREEIXZ CZTS DA M4 ¥4 X VDML 2:1: 11
IS5 X5 czngh, 002, 001, 0.0l mol/L & LTw3, 7z, SHEKAKICOWTIEFAIR
F(SC(NH2 ) Z A L, BEHERO)DRACHIZ M <72 ®1C 0.15 mol/L & EiRE L LTWwd, T4
X — B0 X 5 6k (Energy dispersive x-ray spectroscopy : EDS)D 52> 5, Cu, Zn, SniZD
WTIHIZIEA P A APV OB 2 2 e B|MEINTE, LELEDED, 025 10%FE
FERALTWAZ L REDONTT20, S ICOWTIRAM FAA MY EALRNGT &G
N7, £72, SOMBEEZ A A FA AP VITES T 2720, JEEZICFA YL T2 AZX ) — i
VTR L 72V % F VT, 500 °C D SMF T TRV AEAA & T 5, BALLEE O FER, Cu, Zn,
Sn, S DAMREEA A P A FA X VIGERIL 72 2 & Bt S iz,

2-4-2  7nS HEFEEELITE L L CoF|H

IA L CVD IZELYEREER A A B R & L CRIR DD b T E 2, BEOWSIC X
D EALPRERICBI L CoMERIZFaicER SN, SH T, ERFIL ORI BRI
B R E A A A R B C e AR o T E 2, — T, BRI A A VRS AL
fanRKREWDIC, pil, nMOBFERELHIET 2 C L3REETH Y, ShaBIEIHRT >N
Tw3 [15], 22T, WKSQ015)IEp &Y, n B OYE 2 FR3 2 2 &L 2 HIIC, n BREME
#F;o Zn0 & p B OEENE % F O HZnS)IcEH L, T X b CVD 1T X B IE A b7z
[16]o EERAWIE, HALHEEN(I)(ZnCh) & F A IKFE(CHaNLS) %2, KE A X ) — V2 fRfEHT1:4 T
B L 72 OER L CF RS e, $ 72, TERFTERIADIEWIC X 2 IO A[E 2 et 3 % 72
i< SnCl, AZMC BEEHER(ZnS04) & BERE TS —/KAIY(Zn(CH;COO0)2H,0) b i & 7z, TS X
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BEPTCHOMr Lz & 23, SnChL ZEEHCER L 728554, A1DECAOPIHEAT, © L < 1%(0002)A
L7z v YR ZnS BIB I T2 Z & BER I N T 5, F 72 AUIRIRE 23 600 °C LAT @
LEE, BRACHERZnO) Ic kT 2 e — 7 3B R oI/ LT, 700 °C 7% & ZnO @
(0002)ICHK 25 v — 27 2384, ZnS & ZnO PRET 5 T e BHL I NIz, 72, 700 °C D
Bity, vV O ZnS OEKD LN TS 2 2 L A HE» O b Nz, IHESIC X % &, HshEkE
IZ ZnSO4 X Zn(CH3CO0),-2H,0 & CH4N,S Z W 723551013 ZnS DR ER CTE e o7z 2 &
26, FRNAR DR A & v A ZnS HIEEICHE S LCwd 2 e FRENE, ThEHLD
I3 %728, Zn(CH3;CO0),-2H,0)% v TR S 2 BRic, HREHC)Z @M L <, #HhA 4 v (Zn?h)
LHEFAFVCHDOBRERIBEICE 2 2 EMBR S e, FRERART O Cre Zn>ORE
(CI/Zn?") % 10 %LA T Tl ZnS FERT, 50 %A ik 3 L REEO EFICiE-> TR E D
ZnS RO BRIE Y E5H L, 200~300 % TRIFIT % & & BHER S iz LA EDFER A 6, Zn" & CH4N,S
BIIGEL T ZnS BT 2 7-01C1E, Zn 237 mu gtk e U CJEE I 2 PHICHIEST 5 2 L B35S
LCWwa ettt o Tz, 72, ZnSOs % AW THUE L 72854 1C ZnS WAL DI A3 R T
ERDPozDIE, BWHETHIHEEA A v OFEICLY, 7 ouRoBEAIE SN0 TH
LEMEINTN D,

INLDHEFI S, KAET oA THE I RA T CVD TH - ThAibRAERL B, REF
PAEZHEE ST 2 2 Lic kY, LY ERIEECH 5 Z L AL h & I Nfz, I AL CVD
R O Tl e K, AL SR EELICBI L CO ¥R FETH DI L EX D, —HT, 3
A b CVD ZAEA L 7z ZRITERERE R o Fl1x 72 <, ARG B 2 98I & e
DBRDLNDL,

v
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FI3IE IR CVDICLBEMHULEY 77 v (MoSy) DIERL & Frid: A

3-1 RS

3-1-1  ABXATAIR D 5544

WHKR & SHBRE O A ORI ZH T2 I A F CVD TlE, AIRO R WEEOERZ A 5
B, WG ERETT 2 2 L IFFICERETH 5,2 2 TE T, MoS: BIROFRICH - b,
Bl 7 ISSAF 2 BT L7z, 7ads, ol 7aiaft &3, RiBRAGRIE 2SR IC AR, Bk L, TEEWY)
ECBRWERDOZ & TH 5, B, K, Ax7—n, K AR —=N%1:9 DEIE TR
HL7Z90%A X 7 — VKR EER L7, €Y 77 VHlBMEIC 7T ) 77 V6 TV E=T LM
KFIPI((NH;3)sM07024-4H,0), TREERTEKIARIC F 4 7 L 7 (CHNLS) 2 HH L 72, X 3-1 2573 & 5 I,
AT XY, HIEKAORIREDORET AR D L DR TE S, TRV T T VEE 6 T v E= T LY
KE, T4 LT IHICEMAKICIIES AR L, BEEHOERE 2, TV 7T V6 TV
E= 7 AWK ERARNCIZEATH 2 L DMEL D 205 [52], Filic T 48 WL L
Lt 7z & 25, EEEHDER L 72572, 90% A £ ) — VKRR B EIICH W 2856, HHED
VAR Uz, T 2IERICHEIRZE N C LT, K-X & — L ORERECIE, EEEZTINT 2
CX o CHEMOMTHER D L BHRTE S, HO2 LORE L BRI & HERIA % B L
b DEFHFEFHCIBE L U2, AR — VACHTBRA % i U CFSRL U 72 i itk 2 an
2 L HEOWB AT, —75, B HTEAGEE 2 A L 72 A &2 7 — v 2 IS 5 L f%
B2 T2 Ul M EDRERD S, BIREZFH T T 2IEFICL Y, ERORENKE (LML
TEIEBD o7, TNHLDOBBEICOWTIRAL2ICTE TR ng, fii Xz -
FliK &2 AT ER L 72358 TlE, (NH3)sM07024-4H20 & CHN,S 25VASEH CRG L, Wi iE a4
U, BRIEICIAET 2 X9 miEIc Bt L2 B E2bN0%, 20O DRIEZHM L TS
BE1T-7 2],
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@Hy0 (2)CH;0H

Fig. 3-1 #BfiZK, X &/ —Ib, 90%X X / —LKABRDE BEIC IR A AL % AR
LEERBROKRT, BEICLY, RFICEENRDOND,

3-1-2 HRBEEPEE IS 2 252 E 0BGt

AR AR % F TR 2T\, S 2 b CVD ORI AT BE R IR & ATk oA b2 %
HEL. b, ARG EY 77 v MoS)Z IR T 272017 74 v F v ALK I R
I CVD 2%i&((Fine channel mist CVD system: FCM) % {5 L 72, FCM (ZIGHF N DJFEEL I 2 b 0%
Tt L EBEICEN T FETH 2720, HEREBEIE AR I N5 2L TRAIL %,
ATBR{A I L 13 (NH;3)sM07024-4H,0 1% 0.0018 mol/L, CH4N,S (% 0.050 mo/L & L 7z, MoS, DAL &
A oEET 2L, Mo D 7 EKTH 5 (NH;)sMo7024-4H,0 % (] L TILERIRINICHIEZ 1T 5 5
A, Mo:S=1:2&¢72% X512, (NH3)¢M07024-4H,0 : CHiN,S=1:14 & T30 FERH 5, L L
BHL, RKREZ7RE2ATHZILE2ERL, KRhoiieker oo ic kY, B eiE
INBERBEL T, EEOBEWIREIT S RilKAXEimLD 2 5L 7% 2 X 9 IC(NH3)sMo7024
4H20 : CH4N2S =0.0018 : 0.050 mol/L & L 7z, ¥#iIx, FEBRSME 1 13Kk, RIS 2 13 A %
—, EERGAE 3 MK E A2 =k 19 DEIGTRA L 90 %A X 7 — VIKIER % {H
L7ze ¥¥ U T HR(cg) HiMHR(g)E dbICT ATV ANTZAZEHL, HEIZZNLE R, 2.5,
4.5 L/min & L7z, BB 12 200 °C 2> & 400 °C % T 50 °C [HfEC& L & 2, MR O BER
FERF 2 MEt L7z, £72, HARICIZEAR 0.7 mm, 30mm A DA E G L 72( 3-1)[2], K321
BRBEMCHIEL 280 7~ v OB X 3R E R T [2], EERSME 1 Tl 380 em! &
402 cm™MHEIC 2 DD — 7 MR TE B, RIS T, MoS; D 7% ¥ ¥ 7 b iE MoS,; DIHINHRE)
icHkd 2E3, =383.0 [em™], & MSMRENICHIRS 24,5 = 402.7 [em™ ] A3BiN 2 L i H 2

28



TEDH [3], MoS: BRI N T WD Z e 3bh b, Lo L, MoS; kD v — 7 LIFMT B 280~900
LW Db D — 7 BMERTEZ 225, Zhb i bkeY) 77 v MoO)IcHET 2 v — 2 TH
2EEZLND [4][5), EEREM 1 T, EHICHER L 28Kk BBIeAl e L <%, Mo & S
fiofic Mo & O DFEGHEATL L REZOLND, Tz, B LGS 7z O i T & FEK
ICEH L7 MoS; oD SIET2ERE NS Z Lick VEglbe ) 75 v (VD(2MoS, + 70, — 2MoOs
—Mﬁmﬁiﬁéﬂtlkﬁ%i%héo%®tb,Mﬁﬂh@%ﬁﬁﬁbfmélkﬁ%i%h
%, E7z, 250°C THEL 72580kl 22 6, 819, 985, 995em! iIc ¥ — 7 MR CTE 5, bz
Z¥, CH4N,S D C-H *° C-N D4 T-HRENIC ;56—7@%6&%2%h5mnﬂ0%ﬁm#26
1Z 200~300 °C DIKIRIK TIL, 7~ vtk o I TEEBE AR by, LaL, 350°C ML
ICHIRT 5 L, MoS; DO TRENCHKT 2 2 oD v — 7 25l C& 2, Z DR, MoOs IcHkd
=713 <, MoSsHIZRDO B — 27 DBPELTH B35 T2 2 L BTERTE 5, FEBREAT 3
BT RCOBEFRMFCTE -2 2 ERET 2L ATET, HEMERI L TRV E23b2 b
T, WA T 2 CEE2ETERSE L Tw 3 729X 3-1), MEFHIRE)ClbE T % 2
o7z, BLKIE, HEauEInCnze LTHARFERHO MR CIIBBEMISICHFS L awn

EERERVEICENL T W e EZLND,
ED#ERD S, ITA P CVDIC XS MoS; WilEDRMRICIZ, X & 7 — Vi %2 v 72 BB A
WHAEL TR EEZD 2

Table.3-1 EEREH

Expt.1 Expt.2 Expt.3
Solute : (NH4)6MO7024 - 4H;0, CH4N,S
Solvent : H20 MeOH H20+MeOH
Concentration [mol/L] : (NH4)?1(\)/[.86%2§0 :%II—IOZE)O‘O(;H“NZS
Growth time : 10 min
Substrate Temp. : 200 -400 °C, intervals 50 °C
Substrate : Qz
Growth system : Fine Channel type mist CVD system
Gas : Ar
Carrier Gas [L/min] : 2.5
Dilution Gas [L/min] : 4.5
Ultrasonic transducer @ 2.4 MHz, 24 V- 0.625A, 3
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T T T L L L L T L L L L L L AL L B L L R B L |
EY (@7 ¢ ()1 ¢ ©1
ol Ak . 400°C3 & 400°C3 £ -~ 400°C1
S W e N350°C pthee 350°C3 b 350°C
B M e 300°C] 300°C1 [ —0 300 °C ;
E N 250°C: | 250°C3 | 250°C3
Qe . 200°C: & o _200°C3 Eme . ...200°C3
] s S substrate s p——- e, SUDSTAES e . Substrate §

500 1000 1500 2000 500 1000 1500 2000 500 1000 1500 2000
Wave number [cm™!] Wave number [cm™!] Wave number [cm™!]

Fig.3-2 Bk, X &/ —I, 90%X X / —ILAHBROEAEICRIBRAREL AR L 2B
BREFERL TR LA O 7 v v EIC K 2 AERR, @NBETHFERLT
AATIE, MoS,AFEDE — 7 DICMo0; ICHET 5 & BbN2EHM D — 7 HiHE
WTED, (b)—7A, A%/ —IVAETERLIZHAE TIIMOS,ICHEXT 28— D
HDFERTED, (OVF7, BABEZFERLIZES, FYraXEhoIFBEORE
AR b NEh - 7=,

3-2 ALFERILICHE S W REE I X 3 K EERR

R O BRR R & A 2 ) — A BB L 2 RS 2 Thhil, RREFHSATH- T
bR DOMER KO EIC LY, BIEEOE S XER L 7253, o/t yisE s F
BAECTH 2 LWL DL T o 72720, LY BRERIICHE o TIREL 2 F%E L 22730 % Fl v TR
FEAITH T e L [2]e EBSMAEE 32 1CRT [2], A L 72 BiBREA L AT O RS & [F
B, JRRNATRRE 13 MoS, Db Bkt 2> 5 FE L, (NH3)eMo7024-4H0 : CHN,S=1:14 & 72 5
X 912, (NH3)sM07024-4H>0 : CH4N>S =0.00357 :0.050 mo/L L FARE L 7=, T 7z, WEHICIIA X ) —
NEFH L7, cgl dgl DICERENY)F AZERL, iEldzinzi, 25 4.5 Lmin & L7,
FEMIEA 0.6 mm, 30 mm A DEAEE{L S Y 2 (Si02: 100 nm, p*-Si0.02 Qem)Z fHH L 72, AUiE
I % 200 °C 2> 5 400°C ¥ T 50°C kR C&2 b & &, HEIEER O BRI 2 BET L 72, HEAi
FRBEHTIC T & b v, A4 Y 7 a8 =V ICERE LIBHOK T4 e P L 10 o B2 & Y % bR
E L7z, BEGRE T2 24 Y v (0)T ==V %1{To 7,

B R D FEARER R DX 3-3 ISR DRI D 7 = v o ikic X 2 HIER R Z RS [2]. Aiffio
FEERZEAE 2 L RIERIC 200~300 °C DRI TIE 7 = v ke S IZHR DT K 2 il 35 Z L IE T
3, RIEIREEAS 350 °C LAk 72 % & 380 cm! & 407 em! IC MoSy DES & Ay ic kT % v — 27 #3
W2 TE %5, UM A X #RI814T(Grazing Incident X-ray Diffraction : GIXD)Z W CTafrL 7z & &
2, HERD Si 12k D GIXD v — 7 BERN/NI L o Tnb T e h b, R EICHBERER I T
W3 Z )PP CHIND D, MoS; kD v — 27 2R TE v 2], M ED#ERLL, TEL
7 7 ZJRDHEEBSTER T T n B & Bbh 3 (1K 3-4) [8],
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Table.3-2 1tZFEHRLLEZEB LI-AREEICE 1T 2R HG

Expt.4
Solute . (NH4)6M07024 - 4H,0, CH4N,S
Solvent : MeOH
Concentration [mol/L] : (NH4)%1(\)4.86032547':%1.‘:)2?0-0(;1'141‘125
Growth time : 10 min
Substrate Temp. : 200 -400 °C, intervals 50 °C
Substrate 1 Si02/Si (Si0z : 100 nm, p*-Si 0.02 Qcm)
Growth system :  Fine Channel type mist CVD system
Gas : N,
Carrier Gas [L/min] : 2.5
Dilution Gas [L/min] : 4.5
Ultrasonic transducer : 2.4 MHz, 24 V:-0.625A, 3

T
Ny

S
Vs

(=)
o
(@)

o
(@]

“—-(wi.h
Ul (=)
Im:o hn'o doore,

o

(@]

Intensity [arb. unit]
[\

Thnm )
)

S

N
(o)
(=)

o
(@]

substrate

—
FETTTLC, JI FITR

Wave number [cm™?]
Fig.3-3 tFEMRLILICEOSVTHERLAZBEHNARZAVTHELZHEBOZ v v HHERICES
BIERER, IEI0REER & FERICER(~300°C) TIEMoS, DA FRD Lk LAY,
SR(350°C~)IC# % EMoS,HEN T ¥ v ARY MILHHERTE B,
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Expt.4-MoS,

ol v vevend vl el 0o

GIXD Intensity [arb. Unit]

substrate

10 20 30 40 50 60 70 80 90100
26 Cuka [degree]

Fig.3-4 CFEWILICEOSV TR L7ZFERAKRZ AV THIE L 723K OGIXD IC £ 2 AIERE R, AL
R DEED O IFSIERBRDOGIXDE — 7 BEL RIS L TWE 2 b, BERENMEASIN
TWBZEDNIMAVAND D, MoS,lAEDE— I/ HHERTE AW ®, TELT 7 AR
BEAMERINTWEHEDEEHN S,

3-3 TG-DTA I X % HilRAAM L D Zh iy i@ fe o 5 bt

400 °CLATN & W 9 fERFiE & ik U C R 2 (KR © o sl % 2B L 72 B ic 2\ ¢, TG-DTA
% F O CTHEHTERA O B RERE 2 i § 5 C &1 X Y Bt L 72, X 3-5(a)IC CH4NLS @ TG-DTA (T
K202 m 3, RS 177 °)CICET % & AWICEEWA L, JLZ 550 °CTIRAICH
FELTWBEZEDBDD D, FAYLT DREIIL 76~182°CTH 2 L LA H Y, & LICIHIEFTIZ
150~160°CTHHET 2 L G253 H 572 [9], 177 )CTOALEREOMMIZ, AOFRIEIC X2 Y
DRI NG, —EITAESS, S BEL LTHEFAL XS )RR D, 550°CTHEEL
2T eREZLND, HMEZELTH T DNH;)Mo7024-4H,0 1%, 100 °CT H,O 2378F& L, 280 °CT
NH; 808 L T2 2 ERTRENDG, 51T, 760 )CHETAE BB % £ 5 WENIG 25
ATE, ok, HEFEFCNT2EREEAN 64%L > Tn5E 2 05, REMIC TMoO AL
INTVE I EATHINS (X 3-50b) —77, AEMR~Y v L(He) /7 AFEIH S TR IC B3 fig
ZEZHEL L 25, ihpzRhcoZEd) L FERIC, 760 °C fHETREICEME S K& hER
ZABR OGN, BREICERS YR LR Y, ZRERFHEALIIRARY, RELTWIdD0LE
b s (X 3-5(c)) T DOMREERDIRT X 5 IT(NH3)sM0o7024-4H,0 1357 D i 5 52 B - Ji i D FZ X
D3R & 7z IR I (350~400 °C)Tid MoS, DAEKIGAAE L 2HE TR AW LRI
5, LHL, REORBEEDLIE MoS: BRI N T2 e EZLNMEREGZ, il
(NH3)sM07024-4H,0 % A 2 ) — VICIEfRST 2 2 & T, X 0 B RRE o v R B 2E B~ & Z51E
L2 enZEzbhd, T, XX —VERE RS 2R CTHL 2 IR O T 22 3
32 LK 3-5), MBIK, A& —n, A& —LEHEMUKDREAERZHWCERL 28R E
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O, HiBR A 2 B RS B IEF ICHE VR 2RE 2R T L5 b Eih TR A D IRFEED 2L L

TWbIZ B TFIETES 2]

100 = +4 H,0
CY) ;e NH,*
180
80 0 ]|/ \||/
Mo Mo
140 P
—60 = eE \ / \02‘
X = SO
T} 0= AN/ N2
=40 i A 52+ Mo )402+
! 340 1> N
0
0 0 | 0
20F \ o- \ i
4 0% 0%
0NN
0 3 YR S S S N SO S S | 3 US| S Y S, |_ 3 PR S T R R v /MO Mo\
0 500 10000 500 10000 500 1000 07 ™| o
Temperature [°C] Temperature [°C]  Temperature [°C] 0 0

Fig. 3-5 FZJRZESH TD(a) CH4N,S, (b) (NH5)gM0;0,4-4H,0 & ()Y 7 L
(He) FH SR T D (NH3)¢M0;0,,-4H,0 D TG-DTAIC & % BN FREE) DR
MR, (d) (NH5)4Mo,0,,-4H,0DEEXTH %, [FCH,N,SIZFZIE
ZRFEK[TLI70°CRRETRE, ZEL Wb e br D, —4A,
(NH3)¢M0,0,,-4H,0 321 B R Tl, LREIPOBRRERET LiE
&L, 760 °C{HAETIMoON R S ND Z Db D, £/-Heh T
L;t760 CIHETRET DL DAD

@) A&/ —w@?&i{’ﬁ%u‘ﬁt (b)+ DTIEH L -BROBROEKR T,
FEBERIIE\EZRATHLDIIHL, +2ICERTZLEBERDARE 5,

Fig. 3-6

3-4 EILE LB MoS iR D [N 7941 D el
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R D CVD Tld, MoS,; HEDEKIC 700~1000°C FRE DO iR Z HE L 3523, IAF CVD T
1Z, 400 °C LAF & WERTIETIHERTE Ao BN RKELD, BET o2 2R3k
CARBRBE A CHRUBIASATRECT H 0, MoSy Will/FRFiL L L R ICHYETH B LRIz
[2]o FE#OIMRKH O T2 H 2 L, WIRTREREEHICE > T —IcEINTHE L5
BZdohnz2s, K3-723RT X5, R ED IR 2EAIN LR bR TN BT
TOPTTIZ Y ARZ PO — i8R &Y, HTIC X o> TiE MoS, DIEKZRT 7~ v
E— I BN DRI N, Ty aRicB WL, ¥ — 7 MR ORI LRI
EHEns, ©—7@ENNE g, BEAaErECKEETCH Y, v—2BENIKE TRIE,
AR R EIRETH 2 [10] [11]. 2D, B E A7z MoS, Wl ICIZHINA A4 LT 3
Tenbrd 2]

< 30 mm .

(@)

g

£
S
™

Fig.3-7  (a)BfERT & (b)MoS, B D EREFEMOEKRTF., AR TR 2R Y TldEREMIC
BE-> TH—ICEENMERINTWE LS ICERIT NS,

;‘ Total : 7. 03 3
£ L/min

x10

L center

Intensity [arb. unit]

34—0 360 380 400 420 440
Wave number [cm!]
Fig. 3-8 FEWILICEDVWTHFRLARAREBVTHEL/CABDOE T v 2HEICE D
EfER, MEMBICL>TIT Y ARY PLBEICENRON, TRANCASZICONTR
EMVERTZZ DD S,

TN F CORAEFELE T ILRERHI 2 & R E I c.g=2.5 L/min, d.g.=4.5 L/min &5 7.0 L/min 2
WU THEELEINTERLD, ZOEMEHVTEZ, LaAL, HAHREOREMIE A A, §i
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ERORAPRE, IR, RO O E & %, A hBERIcX>TET s cenEzbNE, 22
T, KfEHEM I U CH NG D 722\ —, $EH 72 MoS: il DIFf 2 28§ 2 7z 0 i fitiG 3 5
AT EDRE(LZ T > 72,

BEGeE % 3R 3-3 1R T [2]o M U 72 JRORRANR, BER, AR 0 Pe /s i o S 1A Ef oo B SR
BRIk TH 2, 22T, BRIBEEREZ 400°C & L7z, cg, dg.& bICNo HRAZEHAL, A3
Bl cg/dg =25/3.0, 2.02.5 2.5/1.0, 2.0/1.0 L/min Dt 4 &EE2FREL, WKEIT- 72,

39 ICEN ARG CHRIEL 725880 7 <= v ok X 2 MER R AR T, Stk 5 IXHiHi
DEME 4D D dgDWiEE 1.5 Lmin TF25METhHE, ZOFMFETEII Y AR P OREEE
BAECCTEY, H—lodE R bR v, RICFKF6 T cg, dgl dICiiiEx T REHFTH
2, COEAETHHHNIMEIERTE 5, T2, TiHllov—78ERHKEICES R>TWwa C
bbb, FfETIXEMS D dg %k 20 L/min FIF725&FCh b, CoFMFTIERKOFYE T
DT~ 27 P VOMENFEREICR>TWD 2L BHERTE, ERoF XY TR0 —
Pom Lo 60225, Eifllov— 2L DEBIFFICKE S hoTwb, G 8 135MH
THHEHIC cgDIEE 0.5 L/imin 725 TH 2, ZOEMAETIR, WINOMETHIEL
LBETH, FARED I~ v A7 PAERZRLTE Y, EREMHICH > TH—RERATEK X
NTWBZLHREZOLNDS, T/, FfF 4 TFRLZEZGR KL e —2mERIERICE &
STWB I eBbhb, M 39 ICKHERFMFICENHFR LAY v 7LD GIXD DfER %R T,
W ZE T MoS, D7 ATE OfE SRS 12 3K 33 M0S2(002)D v — 7 78 14.4° TR a3 L5 H
% [8][63]c AWFECTIERIL 225kl Clt, mdH— MR FI 32 Z & AT & 2SS T
B, ZOLFFICEY— 27 2ERT LI LNTE 5,

Table. 3-3 MERWRPHHEICEIT-HRAREORBEEER
Expt.5 Expt.6 Expt.7 Expt.8
Solute (NH4)6M07024 - 4H,0, CH4N>S
Solvent MeOH

Concentration [mol/L] :

(NH4)6M07024 * 4H20 :CH4N25
(0.00357:0.0500)

Growth time 10 min

Substrate Temp. 400 °C

Substrate Si02/Si (SiOz : 100 nm, p*-Si 0.02 Qcm)
Growth system Fine Channel type mist CVD system
Gas N,

Carrier Gas [L/min] 2.5 2.0 2.5 2.0
Dilution Gas [L/min] 3.0 2.5 1.0 1.0

Ultrasonic transducer :

2.4 MHz, 24 V-0.625A, 3
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T T T T T T T T T T T T T T T T
cg:25 (@3 cg:25 (b) ‘ e cg.:2.0 (e)
£d.g.:4.5 i£d.g:3.0 E ~d.g:1.0 E
Total : 7.0 Total : 5.5 Total : 3.0

= L/min 3£ L/min E i

g

SE x10 4f 3

i, outlet Ed 3

=

g M\gﬁr\w\r\  outlet El3

) .

< Pwinlet ElS 3E 3
\N/\\ inlet inlet

Il Il Il Il Il Il | t . 1 1 Il Il 1 1 1 1 1 1
340360380400420440 340360380400420440 340360380400420440 340360380400420440 340360380400420440
Wave number [cml] Wave number [cm!] Wave number [cm'] Wave number [cm!] Wave number [cm™]

Fig.3-9 BHAMBFHFICL > THRE LA D 7 v 9l0EIC K 2RERR, @i
ITERD ERDOTRICHITTIR VY IRT MILORBEICENR oN-h, 553D
HRREZ30L/minE TF 7546, EBADHORENER T 3,

,_E_ Expt.8-MoS,
-ﬁ E
SF
o Expt.7-MoS; ]
Q E 2
O =
3} u
—F
2F Expt.6-MoS,
E =
gF :
= E Expt.5-MoS,
=F =
an "
- Expt.4-MoS,
CrF
;_ L
E_ substrate
E mmmﬁ\‘h.mm,. |
10 20 30 40 50 60 70 80 90100
20 Cuka [degree]

Fig. 3-10 BHAREBFHICL > THREL7-FHBDGIXDIZ L 2 AIERER, ®ELEIC iMﬁﬁz
XT38 — 73R TER VA, RHE—ICHETE &4 TIE14.4 [T ICMoS,D
(002)E2MICHRET 2 E— U AR TE 5,

HIEOY) MG T 2 W ADREBEZ FIF 22 LIC XD, EIND T L BHL D& o 722,
COHER%E, RICFN%ETRNS I A+ ORI O FE T 5, R EOMRBKIES 28 mm, il
I 1 mm THY, BRAALHBLMAEL RML, RCFNIIFEFRRTH 2 LIRET 2 &R
AN= % LLDIEAI X YV EE 2 S 400 CETHEL ZBOSKOKEEEZ£E T2 &, iR

% RS 4 TR

v T 673.15
=7 "t 730015

e, HIKEo IR oFhElT

———x7.0x1073 = 15.7 x 1073 [m?/min]
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15.7 X 1073 [m3/min]
1.0 X 1073 x 28 x 10-3[m?]

&7 0, 30mm A LD AE B X Z 321 [ms] CHIET 5, I A PATRIKISHFHNICEAIND &,
WA BMRER DI WRLAIEICE LN S C LI X ) BMRE A HE S h, RAERRE2HEMT 2, 7
AT7Tv7u X bIRM4ASIIC X Y AR ICET 2 E CIKREE BT 5, 2D fRo Eil

TG I N2 IR P AR T, SRR ICET 2 EFTIGEBLTLE S 28
HIBREDOEAG B S N oz b Ex b E, —77, FEEM 8 TIHERMA

_— 673.15
H™=300.15

ERD, IR FHADOTHIL

= 560.7 [m/min] =~ 9.34 [m/s]

X3.0%x 1073~ 6.73 x 1073 [m*/min]

6.73 x 1073 [m>/min]
1.0 X 1073 x 28 x 10-3[m?]

Ehl, W EAZEERTZ0ICESIRMIZB L% 749 ms]& b, 0% 0, KBRS Tl
JOIAN 2 KGR TS 2 L X 0 B Bl cd Horic i i, 3R b A ABEG R ¥
TR L, EREHICE > THEICHBREAE I e E2zoNE, £, FEIALIA TV
70 R MNIROKELRRIT 2 &, AFFECHV7Z 24MH z O RO S IIRE) - A A H &
NBAR) =D DEREIT

~ 240.3 [m/min] = 4.00 [m/s]

1

d=0. 68( fz)_ = 1.73 [um]
TH5 [64, TDIRMEMAYRIRE O DB D A% EFE L 7= O 7&K F k5 2 ko 5 R
(21p)?
%_gri—'w
{ l(AT)}

LA T v 7aR MREBICH 5 L E DR O ZAFERER % ko 2 [14]
1
7, =378 ﬁ(kvsAT>‘°”5 (2 (Cpﬂ>( bos )( D ) " an
9 pvsD/1 Pus kvs pvsD ,/gr03
poEHT 5L, X TE, 7, =0.00467 [ms], ()X Tlir, =848 [ms]& &b, 7477 R
FRIRIC XY, R ATERFENZHRT 1360 f5 & 72 5,

37



Table.3-4 X &/ —ILOEYEE

ki[W/(m * k)] MMREE(R) 0.202
kes[W/(m + k)] BMEEE(GFER)  0.00324
pi[kg/m?] BE(R) 748.36
pvs [kg/m?] REFR) 0.82987
ws[kg/(m +s)] BMMEGER)  1.57x10°
A[1/kg] AL 1.10x10°
Coi[J/kg * K] LEE (&) 2825.7
Cps[J/kg * K] LbEV(GGE R 1.83x10°
Ty [K] SLRE 64
To [K] HELRE 30
g[m/s?] BBHIMRE 9.80665
D[m?/s] HLES R IR 3.83x107
ro [m] TR 1.73x10°®
f[Hz] RENEL 2.4x10°
o [mN/m] FEERN 22.01

3-5 R X 72 MoS, DER DR ET

HAREOFRIC K Y, HiKEo IR o Bjifll, $d, THifllowFhoEpricseCd,
MoS, D HIFMIRBI(E; )i B2k d % 378.5 cm! & [HINHREN(A5)IC 12K T % 404.5cm™ D2 DD T = v
AR PADBERINTZZ LD Mo B I NT W B Z RO o7z, T, WTHhO
fEATICHENTD T2V A7 PAOMEBERBEICKE RET AL, ol Incns s
O ETmole, &E2AT, —MINITTEE S L7z MoS; DIEREZHE T 272012 2 DD v — 7]
PREE S SN 5. BED 5oL 71878 51T D NES, Tk 384.7~383 em!, A, Tt 402.7~407.8 cny
NCERT L Z AL TS [3][15]. EED AR kbicoh, v—2HE#ESEAT 2 2
EDRER I NTEH Y, JEF R BEMEE (Atomic Force Microscopy : AFM)D#E R & &b ¢ CTfEHET &
57 —XTHoLINTWE [15], E3,DIREE— X, MoS, DJEHEfE N5 T Lic X 2K
g0 Z{LeEM D 7 —a v 3o FIRENCGEEE 52 5 L E 2 b, 77 VT AT =L ANOD
B TIRENCHEEZ G ARVEEZONT WS, —F, A, OREIT— Fix, BRoZlic X
277 VTN —NANOEBAEFIRENCEE 252 5L I3 nTw2, BEBPEhdL, 7
~ VY7 FoY— I fENEEEHA~E ST P50, CNRHRNIREASIE NS0 TH D
EEZHLNT WD [15], KFFEICENTD, T~ vaiksr v COEBERE L7z, RIFFE Tl
JEX 72 MoS, D 2 DD ¥ — 7 ORiIfEIE 26 e TH 2 Z L 225 4 JHLAED MoS: 2R & T
B EBWHLE o7 [3]e MoSy 1%, HE L S 2 DIRBECTHRMER K E S BT 2 2 L AL
NTW23, 22T, FRNETNNA Z~DIGH% BLIEZ T, MoS, HlE D 5 D FEIKTE & Bt L
7o EEGMER 35 IORT, BRI Z 2z, 05, 1, 3, 5, 100 & L, 2SO 5Mt:
CBAL T, RDBH—ICHIRS 2 2 3 CTE e v,
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Table. 3-5 [EEHIENC @ 1 7 IR E O KRR TF DIRET

Expt9 Exptl1l0 Exptll Exptl2 Expt.13
Solute . (NH4)6M07024 - 4H,0, CH4NS
Solvent : MeOH
(NH4)6M07024 * 4H20 :CH4N25
(0.00357 : 0.0500)

Concentration [mol/L]

Growth time [min] 105 1 3 5 10
Substrate Temp. : 200 -400 °C, intervals 50 °C
Substrate © Si02/Si (SiOz : 100 nm, p*-Si 0.02 Qcm)
Growth system : Fine Channel type mist CVD system
Gas : 2

Carrier Gas [L/min] : 2.0

Dilution Gas [L/min] : 1.0

Ultrasonic transducer . 2.4 MHz, 24 V-0.625A, 3

3LICT= vy pikic X 2R ER T, F&fF9 & 10 TlX, Z=vitic X 3#R25,
MEDTEK 2 MRS 2 S LB TE e o7z, FfF 11, 12, 13 Tlk, BERREIARELS R bi1coh, v
— 7 BEARE Y, MoS: BEOTRIC XK EIKIF 23 H 5 2 L MR I iz, Lo L, HURRERH
DRFICX 2 —2 by TROZLIIHEE TE kb o7z,

FAERFRE : 42
. L

RIS . B
()]

Intensity [arb. unit]
T

34‘1-03é032‘304(‘)04-2044‘1—0 34035!032;04—60420440 34‘1-036‘03;304(‘3042044‘1-0 34035!03%‘304(‘)042044‘1-0 34‘}03‘6032‘304(‘)04—‘2044‘}0

Wave number [cm1]  Wave number [cml] Wave number [cml] Wave number [cm1] Wave number [cm™]
Fig. 3-11 (a)0.5%, (b)14), (c©)3%. (d)5%, ()10 THIEL /- L&D 7w XKL S
R 1DRFBOMREKRFETIE, EROFTKZHERT 2N TELL, —F, 39UL
R L 72355, MoS,ICHKT 2200 — 7 A HERTESH, ©—7 by THEROZE
LIZFER TZ AL,

Table.3-6  ARAERFR & &7 — 7 I EERE D BI(R
Expt9 Expt.10 Expt11l Exptl12 Expt.13

Growthtime 0.5 min 1 min 3 min 5 min 10 min
Aig [em™] - - 4063 4050  405.0
Ej4 [em™] - - 3794 3794  379.0
Alcm™Y - - 26.9 25.5 26.0
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3-6 HEMUE T PEMER(TEM)IC X % Wi a2

IEFCofiRrLS, IA T CVDICL Y MoS: IS LT3 2 &k, 7~ vtk GIXD
DRERPOHL LR o7z, L L h, X L7z MoS, DIE DK 2wt Lz& 25, 7

VNED O B EBOENBHERTE b o7z, DF D, EBICHEL S 1172 MoS, 23 k% %
BLTUE2ICOWTIEFE@ATE Ty, £ 2T, @EiaAE 1 PH{ME(Transmission Electron
Microscopy : TEM)Z T, {FHLL ZiAEloMmz EEEE T2 L & L,

T TEMBIEICH -0, HAEHER O 72 D IR A A~ ¥ — L (Focused lon Beam : FIB) % ffiff] L
THIELL 72 MoS; % 100 nm F2EE £ TR L7z, B L7224 A vV Iic X3 XA =V %< 729, FIB
ICX B MTORTIC MoS DRIMNC A =RV A4 v mAvya—+ L, RAEERmEZHREL /-,

3-121C I A P CVD ZHWTIERIL 72 MoS, @ TEM Wik % 7~ 37, TEM WiiifR2> &, 2\l
) avoSioxfEE =R A v 7 ORIC 78 JEDJFRIEDSHZ TE 2, MoS: DJFETJEE 4
120.615nm TH 2 Z L BHONT WS D, T~8 D MoS, D&, FEEIXH X% 43~49 nm & /¢
%, REFTHIE S N7z MoS; DEIE L TEM WiififR2 5 4.6 nm BETH 5 Z & 26 & DJFIRHE
RO MoS, THBZ L ZIAALTWE, X 5T F —5E X9 (Energy
Dispersive X-ray Spectroscopy : EDS)%* b JEIKICHERE L T 2 &[5 Mo & S SR E N TH D,
MoS: B E N T3 T L 3955 [16].

PLEDKERD S, I AT CVDITX 5T 400 °C &\ ) fEk Tk & ik L < JEEI A2 K22
KREETICHENT30 2 Y AER EICEIREEZ RO MoS; BTEE N T b Z e RO AL 7o
720
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R 7 '.f. ' » b o ; 4 Carbon ink
e l g : .

®

Carbon ink

Fig.3-12 I X MCVDZEZAWT, AEREE400 °C T30 U BB Y 3> EICAKHE L 72MoS,D
(Q)BTETEMER & (b) STEM{R, (c)-(e) EDS IC & 2N HER, (HEEXRDUETEMD » B
RICHOHLTWB Z LR, [EIHANTVE LD BEMNRZITONS,
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37 T 7Y A MY —IT X BN

TEM Wiifi{§ 2> & B & 1172 MoS; DR 134 4.6 nm TH % T L 23 oh o7z, T TIHEH,

JRIZ DIEEAING D 755> o o 72 OFEM I AR 03T 2 T2 > 2 7283, 15O N EE O R D O
DHTYV TV A =" CORAERERD L Z EBFREL e o7z ATV TV A MY =T
iE, T VR v TR DA B X OCREHRIEH A () 2 E s 2 2 L ic X Y HkBloEHR
FELLRD L LM TE D, HEFELOEE 2 13y FEBRRERT L3 MbN
Tk, #EIC Tauc-Lorentz €7 MIC X WIHFFERZ KD HIBME TN TS [17], £Z T
AT, HPINZMHERE ML L CRBICERT 2B TE2HY o7 VIR T2 VTR
YEFNEHEEL, MoS, DEHEFELRLRDZ L L L7z [16], AHIZETIZASEHE 190 nm
2> 5 1700 nm DHEIF CHIE % 1T o 720 £72, ABE%E 63°2> 5 75°F C 3°MIfE 4 HE L CHIlE %17
27, BEAETHEZITo 7201k, EAFEL»LHBONEZTF— 23X NE NI D0, EEK
MEHAET 22 Li1cX Y, BEXK 749 T4 v I P TA220TH 5,
LIV, K3TIORT 42007 T VR TEHCOLFEETARERL, 74974
ThRAToT L TARE IS 7 4 v T4 v I Thbiviz, HIERICKD 723FERE % X 3-13(a)lc R
T, K5, 1.99, 2.66, 3.68, 5.88 eV ICt— 7 BHERTE 5, CHRICT, MoS2 1t 1.9, 2.1, 2.7
eV IR T OERICHK T 2 ©— 7 BHERTE 2 L EINTH Y [17][18][19] [20], AfEFR 1T,
199 ev & 2,66 eV DICE =7 BEHEE 5> TWE I AREZOLND, RICELEDE D v — 7 & o
T2, KR3BICRT SOOHN YT VIREI T2 REL TOEFEETVERBEL, 74974V
TR T 5 DOH LT VR TE2RELEBATOREELILS 74 v 74 v frbh, 35
EEAR S S R sz, X 3-13(b)2> 5, 1.95, 2.16, 2.67, 3.62, 591eV IC ¥ — 7 BHERTE, #Ek
FETHIEE N7z MoS;, & RO B ICRINDG S 5 Z & 2357025 7= [16],

THic, TY TV ALY —HED LSO NIPOERE « 2L T, BIUREL o=4moh & B
L7zo MoS: % EEEN K HIEGES PER L E L 72 £ 2D ANV F ¥+ v 7% Tauc plot 2 b
HL7LZh, X181, 1.55eV £k OLNT=(IK3-13 (¢) (d))o 7z, #92.0eV fHTICEIZ
INFyarx—r—2I1F, BxH< 216eV £7/2132.67eV O TAERKICE>TELEZDDT
HbHrEFEZLND [16],

T/, MEINTVECHRTIE, 0.5eV &9 MoS, DAY FF vy 77X ) T AL F—IC
RN X 2WINCHET 2 L Bbhs v — 2 881N s 2 EBHE S TWw3 [21], AIFFECIE
X N7z MoS: Tl A & 1% MoS, DURINHISRUA D & — 7 133D bk LA b, SE D & il
JERTER I NTWE L RRBINDE, REICDOWTIE, X #REEF 7% (X-ray photoelectron
Spectroscopy : XPS)*° EDS Z F\» T X Y fFflICHRET 3 2 &3 H 5,
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Table.3-7 4DDH 7L 7 VIRE)VFIC & 28T
Amp En [eV] Br [eV]

Gau. 1 0.627 1.99 0.381
Gau. 2 1.17 2.66 0.709
Gau. 3 1.20 3.68 1.91
Gau. 4 0.857 5.88 1.34

Table.3-8 520 H 77 VIRENIFIC L B RAT

Amp En [eV] Br [eV]
Gau. 1 0.391 1.95 0.257
Gau. 2 0.279 2.15 0.390
Gau. 3 0.924 2.67 0.594
Gau. 4 1.04 3.62 2.13
Gau. 5 0.756 5.92 1.23
Wavelength [nm] Wavelength [nm] Wavelength [nm]  Wavelength [nm]
S1000 500 7500 200 1000500 500 200, S00700 600, BO0700 600
: @17 () - (©) ()
st P
1k £ L { (300
B §
(5] e~
g 5200
S | N
X, =
=0.5F 18
e =100
,: L
S L
. A T NI PR
0 1.6 1’.‘8 2022 ¢ 141.61.82.0
Photon Energy[eV] Photon Energy[eV] Energy [eV] Energy [eV]

Fig.3-13 HOXT VTV ALY —DRERR, HUV TV RBFZAVTAFZET L EZHE
RBLT7AVTAVYITTHIELEICLVERBTEXRZER L, (42K ()52
DHAISTUVIRBFEREL TEBELAARZET LA OEH LELEZEFZEE,
QFEEEBRUO)EEBBULERLRELLBEOHMONY F¥v v,
HROERFEZRA S RkO-RIURBER VW TER L7,

3-8 X MRS EMEIE (X-ray reflectivity : XRR)

T YTV ALY I XBFEMEITIC X o TRl T L 728 25, B D&V MoS2 23K
INTVB L EZRBTRERES 2, —H, A 27D MoS; DAY FXx v 73 1.2 eV LR
HINTVRICH b0, AWFETERL - 7 BRED MoS, DNV F ¥ ¥ v 7I3HEER
RPPERLE L 728 ¥ 1.55eV L, BEBROMEMEL Y b RZ VW LWL 2L x0Tz,
ZZTXDEHIIC I A P CVD IT X o TR S 17z MoS, DYINER T3 % 72, X ARG HE
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(X-ray reflectivity : XRR) % FI\»C, JEAK X 17z MoS MR DT 2175 T & & L7z,

3-14 1T XRRIC X 2 I L EDOMIER R EZ T T I AT CVD I X o THRIE S 1172 MoS; 1%
JEJE A3 2.0 nm, HEEDS 1.58 glem® &\ S FERPE STz, MoS, DELIIHRIC X % & 5.0g/em’ &
WEINTE D [22][23], AAZE TIERL S L7z MoSy IZEERIEF IR EXHL 2 E o T2,
7, TEM » 650N EE 4.6 nm & IR L TRESEHC 2o T3 2 &b b, ZOfFED
5, XRR OEEHHIT X A S W - EHOFEETH 2 EHE 2, I AP CVDITX > THK
N7z MoS, 1FTHRAE DB FE & ARFSE CTOMEMH DR EDIZ 30% %2 WEL T 2bLE2DH
Nz, 259, TV TV AP —FINICX o CEHREI NNV FF v v 7l & SCHED 7 & XRR
HEPOEHINAEEEE XL, I A P CVDIC X > THIE X 1172 MoS: 2SHRINIC & 5 & AH
BTH 2 LIGERT 2 A[REMEAS E A b5, FRICT I X+ CVD IC X o THE X #1172 MoS, DX
5D TEM BiEER A O A WHEIPHCAMESE L 72 ZRHFEL Tw 2 2 BRI TE Y, HSkIC
BERLTwRWE &P HERTE 2, AREFER T, ERKEWICH > T, MR IS 52 s rE
LTWR X RRETHE R TREINE 20, MR E ZRITICEE &€ 2 5&F okl
b3 RETH % [16].

thSiO,: 103.1 nm, 2.20 g/cm3
p*-Si: 2.33 g/cm?

MoS,: 2.00 nm, 1.58 g/cm3
thSiO,: 103.7 nm, 2.27 g/cm?
p*-Si: 2.33 g/cm3

XRR Intensity [arb. unit]

20 Cu Ka, [deg]
Fig.3-14 BRICER L 7z(@)BE > U 2 EfR & (b)TFRE L 7=MoS,3Z B O XRRAI
EfER, XEMES LB L TEBEAMoS, " EEINTWD Z ENDh D,
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Fa4EE IR CVDIT X BHiML R X(SnSx)DEHL & Fpi 1AM

=i CE B2 EREEERIC B W T I A CVD DEYECHE %R L7, TMD 72
Ficrdrbbd, EEMYZERYE IHAH2 2B oNTEY, I X CVD DEIEFE
ELTCOREEMEZIBRT 272012 MoS: D X e E LT\ 3 TMD AN D FERE o ESL % W5t L
77

4-1 Wi b % X(SnSx) & 1%

BUHCHER L7z b, “RITEIRYE I IZ B L W 2 2 BOWEBFET 5, Seilf D MoS, D
X0 IERRRE LT L oA TH 5 TMD LM D, ik R OERYE B FEEST 2, HThH
A A(Sn) & S DALAEYITH Bt A X (SnSx)IF VT4, HIR HEK FIc g ICfEE LLich s Z &
PHEEMENC L, {LFNCRETH B L h b, KRAEEEME L LT, MoS: % d TMD &
&%CEE%%bTwéUMMS@Xi*ﬁka@ﬂ):ﬁWXf®ﬂgZﬁk:XXmmw

, BEOMKIL DL AEMMBEEL, TNZNREe2PEERTepMonTH5 [3][4], E
t,%Sk%&i@%ﬁm%ﬁ?%laﬁﬁ%éhfwé[ﬂ%k&ﬁi,pﬂ@hﬁﬁ%ﬁ?
13~14 eV DY F ¥ vy 7 oEEERILEEARTH 5, Ktz md s X B Iz
TEZEDARERAY F¥ v v 72 13~15eV TH B L b, KEGEMOLRIVES DR T
ELTCOGHBARETE N TV B [7]1[8]1[9]1[10]1F 72, BWEETHEZHoZ t»b, JEEHRTEL
TOICHABI D ME TN T2 [5], SnSy i, n MOREWEZIRT 22~2.6eV DNV F X ¥ v 7% fF
DOREEBTRERTH B [11][12], EE, HED?» OBERED SnS, ZHWAERME 7 vy
AREDTNA ZERBIRLEHRE S NTH Y, BB 230cm>Vs, 10~108FREDER DA v A
ThERTZ LD, KMROEBETTF AL RE LTI RTHS [11][12] 72, VF 7244

I v B D AR~ DG b RET XT3 [13], SmSs b SnS & [FIFRIC, KR D YEIkIX
Jg & LCoICHPAFE T3 [14], £72, SnS & SnS, 3D ERYIE & Rk I [ A &l &
L COISHICmT 20F5E b A ICfThbiIv T\ % [15][89].

42 52 #RQG) T Xk CVD 12 X 5 Snx

¥ THIOICIEATHISE & [FERIC, MoS, DAIRIC D) L 72 K% T H 5 2™ G)I 2 b CVD
AT SnSx DIF- 21T o 72, BIEICH 720, BIREKTEEZREIT2 2L L Lz,

TR RS ER % 1T 5 BiIIC TG-DTA % > CTHIER{A D B\ il 28 8) % iRET L 72, S HiBKIA& 1L MoS,
CBA BT CREF L 72 74 7 L 7 (CHNS) & WV 72, F5F 7 L 7 1 170 °C T TR G
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O EERADVBA LN, ok, RICHROERILD 7%k > Twb Lo BN T 2
S DEEH(A2%) X ) bEAITKE CHEEL TWD 2 & 20 AR iic X 574, AENEL
TWw3eEZOLNS, Sn HilfAE LT L 728 2 X ZIKf)(SnCl-2H,0) 13 Ho kg 22 5 HH i T
230 °C fHiic B\ CEHBZM A5 BEARICHHEZRTE 5, 2Ok, AR 2 £ O
HENAD 53%I1C7 D, BARED 500°C £ CTRIEL T2 2 LR TE 5, ZAUTFZBEZES
DEEFEIRT L FEA L, BBt 2 X(SnO) S TEL & N 3 & RIRFICASE, FIESELTCwE EE2ZLND,
TG-DTA OFfER 5, 250°C BRE T CTHE L 256, SnSx RO THETH 5 2 L AT
N5 4-1), 2 TRERTIE, SnSxEEIEK O KEIREMKF ZRaTd 52 L & L,

Tin chloride dihydrate (in diry &ffr) thiourea (in diry &)
100 0 T E 1000—«163°c
80F 3
3 140
'o\;' 60? - 3 i
— ;_ = 0 L—
I £
E_ exo. — -40 ] 2 .40
20F I 205
3 endo. § -80 ] +  endo. 780
0? n 1 n 1 1 1 n 1 1 I_é 0_ i L L 1 " 1 s 1 " l_é
0 100 200 300 400 500 0 200 400 600 800 1000
Temperature [°C] Temperature [°C]

Fig. 4-1 TG-DTAIC & %5SnCl,-2H,0 & CH,N, SO AN REEN D HHTHER, & (2250 °CTRE TH
BRSICEETZZENEZLND,

K 41 WEBSMN 2R T, FEREIRIE SnCl - 2H0 & CH4N,S 2 — D DRI TA X J —LHiic
BFL, BT AT L 72, ISR IS ATENAGASE & 12 0.02 mol/L & L7z, K
SR 13 200~400°C % T 50°C XA TEL S 7z, FEMRIZEA 0.5mm, 30mm ADOHIEEEH L
Tzo 7ok, AHEIEBUIBIERTICA v 7 a8 —, TE by, @BUKICREL, SESC 2 o0
BE WG T o7 F X VT HALTERT R ERZN)HT A ZHEHAL 2B IZ 2 Z 25,
4.5L/min & L 7=,
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Table 4-1 2M G £ X FCVD¥ X7 L IC & % SnSy AR5 ER

Ex.1
Solute : SnClz * 2H20+CH4N2S
Solvent : methanol
Concentration [mol/L] Pre.sn: Pre.s=0.02:0.02
Growth time : 10 min
Substrate Temp. : 250~400 °C
Substrate : Quartz
Growth system F1ne Channel type mist CVD
Gas :
Carrier Gas [L/min] 2.5
Dilution Gas [L/min] 4.5

Ultrasonictransducer ¢ 2.4 MHz 24V°0.625 A, 3

4-3  RERHTR

42 % OB O &R, 250 °C M 1ic e 2 L i~ O DT K358 b i
2, %72, EIKEZFNZER I R P o Efid S Fiic 0 CEBEERICEHN R A4 LT 3
TR TE D, M43 172y Ic X BHERREE R T, 7~ vahtic X 2HER/E» S
1300 °C LA LD A, 223 em-! & 303 e i IC ¥ — 7 DR TE 2, ThbDE—2FZENZ
1, B A RA)(SnS) DA DI FHRENICHKT 2D TH B L EZLNS [1], X 4-4 12 X FREHT
IC X BHERTR Z R T, XRD D2 & 13 D RS I BT HIEOTE R ICHk T 2 &
— 73R T B 2 B TE WD, UM AS X BRI (Grazing Incident X-ray Diffraction : GIXD)
22b, 300°C DEfy, 10°fhic7a— Fhe— 7 23R T& 5, £7z, 350°C DHATIE 14°4F
ATIC SnS, DOONICHK T 3 EEZ LN ¥ — 27 BHERTE S [17]), 72, 400 °C TliE 300 °C D
L& L RRONMIEIC 7T — N v — 7 DR TE 5,

TG-DTA % > 725l Bl o B FZE B O 5 2> & 250 °C TR CHIIDOTE K 23 rlRETdh 5 & FARIL
723, EBRO R IR T IR A O B RIREE X 0 50 °C FREEEIR O RERE S LB TH
% &) RERB LN,

Qz 400 °C 350°C - 300°C 250°C 200°C

O |

Fig.4-2  2ndGI X FCVDIC & % SnSyRiRE D BRRI DRF, BIERED250°CU LICH 5 L8~
HEDERBRERIRDOND, F1-, EREZRNBERIX b0 ERAOTFRICHT
TERERICERDGHIEL TWDE I ELERTES,
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Fig. 4-3 2" GI X FCVDIZ & » THE L 7=SnSyDRaman7 KA & BER, BEEREH250 °C

LUTTIE, BEROFEBICAETEI IV VAR MLEE ZRT DI EIFTERL,

B

FEREA300 °CLL LIS % £223 em-1£313 em-1{HEICHILZ X (1) (SnS)DAg & Fi
LR X (IV)(SnS,) DA FHIRENCHR T 2 L EX ONDE2DDE— 7 HHERTE Z>o

bt

XRD Intensity [arb. Unit]
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4-4 2MG I R b CVD DR

FREEEROFER S H, 2¢4 G I A b CVD Tld, FHIEAROBDERELL EOSRABETH 5
TEDHL P E TR0z, THIZZDOLA EOFTERARGEE % FRIFFIC — D DBFBICHEMRE L Tnwd ki
BRATZEE2ONE, EITMEICECTA v 7 L7 v L-HNERLYIIGZO)R A v + U ¥
LA —F v MYIG) & oz oL FowEEk %2 &0wiE%z 24 G T A b CVD ZH W TR
L7zB%, 1GZO &, In:Ga:Zn=1:1:1, YIG Dy, Y:Fe=3:5 &7/ 2 X5 CJFEHARD
A RRE R L CAREFR L2 20005, BIEROMBSIT T, SItR oMkt
DHIAREFEGE Y & 7 b AR WHEAH S h Tz (18], ZHIE =2 Eo& @it % & Uik
HHE % — O DRI IS 2 LR CHRITHRE D A A AL SE D AR 72 708 0 O D
U720, IRTCRIGHRT LY T3 28T, XOVRERMEIBRRPCERINTL TV,
R L CBBERICAREECH o7 EZ b D, REBOMED FFRIC, B T Sn FibRiE &
S HIBRADBRIG, KENTZZ Lic kb, FHiRAREOMDMRE LY dEiRE CHRL 21
WIETBERICICH S L WERER I -d0eEZI LN S,

4-5 IAPOWEEEHL2H72RIA L CVD Y A7 439G I X} CVD

TZTIR M ROWEICOWTE 2 5, RIED minmIRICE Al L 72 B%, BRRRICARET 5 Z
K EFEREDPEL 2D 74T v 7B A MIRBH O N TS [19], i, WP &Y
I fiin 7= IR R O JEI P % BMRAE R DR W AURICE DI S 7D ICBMREAHE SN2 20 TH
2, IRAMD XD BEAET im BEOEOBM/NMNEFE TH->TH 747 7u X MIRMBBIND
EREZOLND [20], T AL CVD Tk, 74 Fv 7w MREEICH 2 g 120w .05 o 5k
PEE ORI D O JFEREEE DR SR~ & FRIASEB L, JFRL 2 G Lt 2 72 @ Ic 5K
BHICH > TH—EEOBICE S, £7-, 32O FEHHBTREZEHET 2L 4mm & 720,
—EHD IR MELOERE, L, ROWEEL T BREI 2L B0 2Y, 2O Ehb, 3
AMATLEBEDICHER LA EBFEZXLNDL, DF 0, EEONEMEAIELEZ 2 2 L /-
iR DG T 5 L ic kY, JERRARZ MoEORP RIS T 2 2 L A S G NICEXIE &
N7-HEMR Biciig g2 2 e pa[fECch 2 L FEZHbN D [21][22].
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4-6 3B IG)T 2 P CVD IC X B SnSx s {EHL

YR EDRATHIRICE T T A I =7 L4 ) v AEEYI(AIGaOx )L Hi#H(Zn0), A XS
HHiE{t 2 X (Antimony doped Tin Oxide : ATO)% D FE(LPHE/F R Clx, Z N ZNIhAZ L 7-IHESR
OHFELZIA M, IXAMEABRGERERZNLCISF~EMBI 2 ik b, Mk
FICE DB % IEFE KIS AIRECTH 2 Z L DAL L o T\ b, £ 72, AHBUHRIEIL AR
B2, IR ofinE, o Vit AmEL cHll AR TH Y, BRETH Y
SHIBMEDSIEF ICE W RO L RoT W3,

R A2 ICEERGAF 2R T, 42 TORMEER & FER, BT O REARTEE 2 RET L 72, BBk
FRFEITIE SnCly + 2H20 & CHuN.S ZAfHF L 72, HHIEKARIIA] 2 DFBERTA X 7 — VIR L,
BT 2 T U7, ISR T A AR AGEE & 512 0.02 mol/L & L7z, BUBRREE1Z
200~400°C & T 50 °C ZH TEAL X & 72, FMRIZE A 0.5mm, 30 mm AOGEEZEHL 72, 7=,
AEIEBUIIERTIC A Y a8 —u, T by, @BHUKICREL, SEETH T 2 HEE Rk
HaiTo720 ¥ VT HA(cg) e FMHTAMg)TIIEZN)F R EZHERAL, FRAHBEZZNLER
25, 750/min & L7z, 24G S A F CVD Y AT L XD L DA RFEEZH L T aHEE LT
X, ROGHF £ CORMICRERERZNT 2720, RICHEEEH 2M4G T A F CVD ¥ AT L & L
TELRY, RKICFRICHRICIRA MBEINT I B FPRINELZDTH D,

3rd G. FDM system
& \.A' \

Fig.4-7 “I XM HEOUEEZERAL/ZFHIX VDI RT A
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Table 4-2 3G I X FCVDY R T LT & B SnSRRIEEER

Ex.2
Solute A : SnClz * 2H20
Solute B : CH4N2S
Solvent A : methanol
Solvent B : methanol
Concentration [mol/L] A:B=0.02:0.02 mol/L
Growth time : 10 min
Substrate Temp. . 250~400 °C
Substrate : Quartz
Growth system Fme Channel Dual mist CVD
Gas . N,
Carrier Gas [L/min] 2.5
Dilution Gas [L/min] 7.5

Ultrasonic transducer : 2.4 MHz, 24 V*0.625 A, 3

4-7 EEFER

4-8 ICHE# ORI O T %R T, 250 °C LA Lo BKERE CE S B0 NIR D b 5 HEDTERK
BRHOND, K 49 ICT= VB X 2MERMRZ RS, 7= v iEOHER RO, K
FEERE D 250 °C A EIC 72 % & 311 em fHEIC ¥ — 7 D3RR T & B, T4 SnS, DA D5 THRE)
ccmﬁéé"zo V=27 TCHIZ%E2bN15 [1][23]e F72, MR 350 °C DA D & 226 cm! fif

UM e — 7 HERTE 2, TiE, SnS DA DA FIREIICHKRT 23D CThHdLELLN
%o 49 1 X FRETIC X 2 BIERREZR T, XRD I X 250814 5, BEEREE 250 °C LA Ric7x
% & 148 °fhiLlic v — 7 AR TE 5, THLT SnSy @(001)&:;1351%3‘6 Y- ThiHrLEIZLNLD
[17]e F 7z, 300°C ML EDEA, 299, 454, 20N R v — 7 iR CcE %, Zhiizh®
A1, SnS; D(002), (003), (004)ICHHKTIEv—2rTHEEEZLLNS, ULEDOFERSLS, 300~400 °C
TEBL L 725 BhC IR Ol o 72 Hifhdh 7 4 7 72 SnS, B ATERK I N CTnw b 2 e Bbh b, £
72, K410 1Rz 7Y A b =% TRD = Z R E L Ic B T 2 JEITR L85 -
JE2s b BH L - RS E O R %2 R T, EITEITERERE O EAIcHE > T kL, 350 °C TR
bbb, £, 24G IAFCVD & 39G IR CVD 2T S L, 3G TR b
CVD %2 L CHIE L 23R 0 13 5 3@ W EHTER 2 K0 2 L 28 A 2 o RS 13 AR 2% e

K icoNTHL &Y, EITELFEE, 350°CoL ERAKERS, 29G I A+ CVD & 349G
1AL CVD CTEELL 73Rl o RS 2 ik 32 &, 274G I A+ CVD DIT ) 233 2 & iR
TE 5%, ULofHE» o, 3G I A b CVD ZfliH L TIEHE L 73R D13 9 23R L D 5\ i
DI ENT VDI EREZLND, THiF3rdG I AL CVD ZHWa ik b, ko
& T Sn BIEK(R L S FIBRAZ &G I A FRILESHAEICEERZRITLH S 2 L l, BTG
NS I R A I Nz 2 &ic kY, AiTERARGASEE @ B i 1R L 72 i B 3 T b 5
TenEZLND,
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Fig. 4-8

XRD Intensity [arb. Unit]

SnS

Qz 400°C 350°C
! ,
&

BN D,

GIXD Intensity [arb. Unit]

300°C 250°C 200°C

314G I R FCVDIC & BSnSypkfER DK DIRF, FREBRED250°CULICAS EHEE
DIRD & 5 BE DR A ER

sns,

ﬁ """" Ll 'I'i'i'é

SnO

sn0, £

lll

ll.llll il

E
E I
B

lllllll o, |I|I“||

30 40 50 60 70 80 90 100
260 Cuka [degree]

10 20 30 40 50 60 70 80 90 100
268 Cuka [degree]

XRDIZ & BEEHER, RKERE250 °CUL EIZA B &£ 14.8 {HREICE —
IDHERTE D, TNIESnS,D(001)ICHKT -7 THDBEER

bNb, £/, 300 °CLLEDIFE, 29.9, 454, 62.0

°|Z FEHRRY A

E—7 R TES, ZhiEZNhZ N, SnS,D(002), (003), (004)

CHERITDZIE-—ITHDIEEZADND,

UEtDoHER»,

300~400 °CTHERL =HAR CIXEE MM DRI - 7-BEER 7 1 7 4SnS,
BEFMERINTWEZ EDAHAD
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2.8 T T T — 250 T T T T T
- @ : 2"Gen. o ® : 2"Gen. ° E
26 E O: 37 Gen. 3 200 O: 3" Gen. E
>< = - ~ =
) E O E g 3
= E i = E
2 24 F o i =150 ® -
&) E [ ] 3 & [ J E
A . ¢ ]t :
© 22 °© 1 £100 o 3
= E 3 —
g : = o E
220 F 3 50 o 3
3 i E ° E
1.8 E , 1 1 1 L3 0 Q 1 1 1 =
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Growth Temp. [°C] Growth Temp. [°C]

Fig.4-10 TYU 7YX MY—ICLBERELEENEDOHER, BITEK RELHICHEREN LFT
BT ONTHEIML, 350 CTRAEL BB I EDHH B2 Gen, 3 Gen. TRIBRDIER % /R
LTW3),

21 Gen. T, BITEMEL, BEIZEL BB I LEPHERTE S, XL T3 Gen. TIE, EIT
G, BEIEVW EHERTELIEHIOEFRENIMELTWE ZLAEZ OND,

4-8 349G IR F CVD I X 2 AL

& T 2T SnSx 13— b 2 X(SnS), —Hifl 2 X(SnSz), =ML =& X (SnuSs) & > o 728 & 7 AL
RO EPAILNT WS [24][25], 2MG I A b CVD ¥ A7 AIC X % BBRFEER Tl SnS 2B
INTVBE L ERTHRESZ2, 399G I A CVD ¥ A7 AT, SnS2 DK ZIHITH
22 RRNTRERES 2, RATIRICEWT 349G I R F CVD ¥ 27 4%\ TR % (F
B 72350, BB RMREIESATRETH 3 2 L 25, FALWHEBIERLIC BT b [FkkIC, &RTE
RoftitEOHIEIC X v HUKFIHS T Th 2 2 e A THREINSE, 22T, HibkEkD Sw/S tbxH
AR CHE T ik, MAKIE2 AT D hEBETT 2T L L LT,
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SnS Sn,S; SnS,
Fig. 4-11 SnSxldBH 0K ZF>Z LAMbN TV S,

K43 ICHRBEF 2R, InECcoOERLFERIC, ATBMAGAZEICIZ SnClL + 2H0 & CHuN,S
EEHAL, Z2NENilx DRI|TAL ) —AHICERL, % OHEIZ 0.02 mol/L & L7z, REEH
TUIX KRR % 5 50 [, BUBIEE % 350°C & L7z, FERIZEA 0.5mm D 30 3 ) M43 HR % (il
L7, ks, AREMRIIEIERTICA Y T aox) —u, T b v, BUKICREL, SElH T2
SR E RS E T o7 FX¥ VT AREHERAT R Ny ZERA L7z, A AWEIT Sn fiE#GHTIC
BIL Tl c.gsn: d.gsn = 2.0 : 3.0 L/min D Ef 5.0 L/min & L7z, SHHAERICEEIL T, &5, &5
L/min ICEE L, c.gs:dgs=00:50, 1.0:4.0, 2.0:3.0, 40:1.0L/min ® 4 5 L7z, F7z,
VAT LREOHN AFTEE 10.0 L/min TH 5, fFRL 250K 2 5, S AiEkfEOtiEEA % 5
CoONT, Bolg b, REMPHL RIHETPHERTE 21X 4-12), X 4-12 1IAEBLL 7230k 0
7 YR HIRIC X B IERIRZ R T, Sn & S OLFIDY Sn:S=1:1 L THE SnSy DA, DI TR
BICHKRT 5 3l em! fHEDO =7 B ERTE 5, 72, SOUHFREA Sn L Y%\, Sn:S=1:2
7% % L, SnS DADGTHRENCHRK T % & — 2 28 226 em! fEICHIN 5, SnS I BEKHRIRT
o, SEBREICHBTEIC L2 5T, SnS DA ZIRE ZEREZLND,
4-13 ICERLL 725kl AFM 8% 7R3, Sn:S=1:0.5 DA TIE, RMS 2% 1.014nm & FEH 1P
THDIEDPMERTE DA, Sn:S=1:2DFMATIXRMS 28 178.9 nm & AFM {45 3 S 25|
G TN I ONTREDBIEFICHL B> TV T L2390 5,
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Table 4-3 3G I X FCVDY X T LI & BB HIEI R EEER

Ex.3
Solute A SnClz + 2H20
Solute B CH4N2S
Solvent A methanol
Solvent B : methanol
Concentration [mol/L]: A:B=0.02:0.02 mol/L
Growth time : 5 min
Substrate Temp. 350 °C
Substrate : Quartz
Growth system . Fine Channel Dual mist CVD
Gas : N,
Carrier Gas [L/min] * Sn:S=2.0:0.0, 1.0, 2.0, 4.0

Dilution Gas [L/min]

Total Gas flowrate
Ultrasonic transducer :

:5n:5=3.0:5.0,4.0,3.0,1.0

10.0 L/min
2.4 MHz, 24 V-0.625 A, 3

........ s Aaaaaes i .
= = =i =
=l 5 £ =
SE & =L =
E Q
£l 5 El; 5
2 2 N b=
2] = F
=1 = 7] 2]
9] > = =
=) o Q 3
g = = =
=} = f=]
< s Q= s oP (=]
g Sn:S=1:0.5 5 SE =
= Sn:$=1:0% S ol ©
Qz -

........ Lovcconn b b, T YT T YT T T TN TN TP N N Dussbssdsndinobubosnbi)
200 300 400 500 600 200 300 400 500 600 10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
Wave number [cm™1] Wave number [cm™1] 26Cuka [degree] 26Cuka [degree]

lean S rich

Fig. 4-12 7YX Y9 EEXRDIC K 2 BEfHER, SHBRICHIEEI NS ICONTEREADFE
FICHELCARY, SnSOFEBEIZERICE B,
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S:S=1:O v Sn:S=1:0.5

m

s 2,10 nm

. 90.0 nm = 360.0 nm
RMS: 0.693 nm RMS: 1.014 nm RMS: 37.50 nm RMS: 178.9 nm
Fig.4-13 AFMIC & 2 REHZR, SHBREICEHBINZICONTEREALFEBICHELAR Y, SnSOFK
HEERICE B,

4-9 FEH X odGE

4-8 DIEFEERCIX, MICHF TN 2 H AREDOAFHE 100 L/min T—E¢ L7252 TSn & S
DUHGHEZZTH L CRIE AT o 72, ARfficl, SRKAEOHIIRIL L ¥ RARMEBEDO A2 EH T 5
Tlicky, Rl odELHIET L E L,

K 4-4 ICFEBRGM 2R, WS OIEIRE R, BRBGRE, R L 7= AR & Rl —T B 5,
AREEETIE, ARFOHAFE% 5.0 L/min & 15.0 L/min D& CHIKA 1T 572, 7z, Sn/S ki,
GEtiE2 5.0 L/min OFF, c.g.si:d.gsi=1.5:1.0L/min, c.gs:d.gs=0.0:2.5 0.5:2.0, 1.0:1.5,
1.5:1.0, 2.0:05, 2.5:00L/min & L7z, £7, G&HHED 10.0 L/min DK, c.gsn:d.gsn=20:
5.5L/min, c.gs:dgs=0.0:7.5 05:7.0, 1.0:6.5, 1.5:6.0, 2.0:5.5, 2.5:55, 3.0:4.5, 3.5:
4.0, 4.0:3.5L/min & L 7z,

Table 4-4 FEAMIHEZ B L L7BREER

Ex.4 Ex.5
Solute A : SnClz - 2H20
Solute B : CH4N2S
Solvent A : methanol
Solvent B : methanol
Concentration [mol/L] * A:B=0.02:0.02 mol/L
Growth time : 5 min
Substrate Temp. : 350 °C
Substrate : Quartz
Growth system : Fine Channel Dual mist CVD
Gas : N,

Carrier Gas [L/min] *Sn:S=15:0.0~25 Sn:S=2.0:0.0~4.0
Dilution Gas [L/min] :Sn:S=1.0:25~0.0 Sn:S=5.5:7.5~3.5
Total Gas flowrate 5.0 L/min 15.0 L/min
Ultrasonic transducer : 2.4 MHz, 24 V-0.625 A, 3
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BEFH AFE 5.0 L/min DM TR L 725URl 072 5, Riffi o BRI & [FRkic, S offt
RIS 210 L2h o TREPM L, BREMKRROHEBEM IR I NG 2 L0357 5 5 (K 4-
14), M 4-14 127~ v HRic X 2 MERE%ERT, Sn & S ORI 2Sn:S=1:033 DT
X, SnSx BB INT VB I L ZRTE—7 IR TE RV, SEIHICHFHL T, Sn:S=1:
0.67 X ST 5L, 311 eom-1 fFAEIC SnSy DA, ¥ — 27 BlERTE 2, £/, S OffbfaHE
ZEHICHINL, Sn:S=1:133 &3 % & 226cm-1 D SnS DA ¥ — 27 2385, XRD OfER%Z R
%%, Sn:S=1:1 DEMHTIZ SnS, D(001), (002), (003)ICHKT 2 LEZLNS — 7 BHEZRT
X275, Sn:S=1:133 X0 b SHMMNT 5 & SnS, RO R v — 7 MR c&E R A b,
GIXD TRIEHICHA VY — 27 LN S,

- A__ Sn:S=1:1.67-
- . Sn:S=1:1.33+
Sn:S=1:1 4
Sn:S=1:0.33"
Sn:S=1:07

Qz -

200“‘“3:(‘)l0 “““ 40(;50(; ““““““ 200 300 400 500 10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80

Wave number [cm™}] Wave number [cm ™} 260Cuka [degree] 20 Cuka [degree]

Sn:S=1:0.67

Sn:S=1:0.337

XRD Intensity [arb. Unit]
GIXD Intensity [arb. Unit]

Raman Intensity [arb. unit]

Raman Intensity [arb. Unit X10]

lean < S rich

Fg4MAuﬁﬁXm§Mmmmw%#T I, RIEITOMRER L RLKIC, SOFIEED
BINY 312 L72h > TEREANHEL, EEMKROHEBYIERINE Z LD
b,

Erat A A e 15.0 L/min THUE L 725808 Cld, &5 A& 5.0, 10.0 L/min CTHUE L 72380k} &
e L <, REICERPE LN, FWEREESITER I N TwE 2 2R EZ LN S (X 4-15), X 4-
15127~ v hic X2 MEMEET T, Sn:S=1:0.5 DEMAETIE 311 em! fHEICIEF IC T 17—
FCiEd 22, SnS, DL EZRTv— 2 MR TE 2, Sn:S=1:1 D5FEMHTIE, 51311 cm’!
DY — 7 BHEICRN TV 2 L DMEZRETE 5, XRD OFEHR2 S, Sn/S OEFEEA Sn:S=1:0.5
¥ Tld SnSx HIZKE D XRD 2% — v IFERTE 22\ 2%, Sn:S=1:1 TlE, 14.8 °ffITIC SnS; D(001)
DE—IBHERTE, IHICSOUFFEEZMML7Z Sn:S=1:2 OEMAFTERL 723k 2 5 1%
14.8, 29.9, 45.4°IT SnS; D(001), (002), (003)HHkK & & z2 b 4125 MR v — 7 H0EZR T % 5 (X 4-
15), %72, GIXD D#ERZ R 2 &, S #HEL vl T ERICH W - AH L (3R
7% GIXD »¥ 2 — Y HMERTE 325, ZHUIIRME R, 2o CBIUAXBTER I T3 L
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EZbNb, Sn:S=1:05DFEMFETHERL 2B IFHE R SnSx I N T iDL E 2
bNb, Sn:S=1:1, 1:2DFMATIT 148 ICHHER Y — 27 MHERTE 5, AFTMBE RS &, &
FFO A AR 5.0, 150 L/min D &H 5 DOFMAFICEWTD, Hal A AFE 10.0 L/min TFE L 7=
R FRRIC, S OGRS 2 IO TREM T 2773 RMS 238K L, K28 Cldz
{722 TWB T eDomnd, Snk SO Sn: S=1:1 DEEZIKT 2 &, AV RE
23 10.0 L/min OS5 CER L 725003 b RMS 28K % <, RMEAM K, XWT10.0L/min, Z L
T, 5.0 L/min TERLL 7230R 05 I b FCTH B 2 & 30 H (KX 4-16), 72, &HARBLEMIC

BT 5, HEOBE®EEIL 5.0 L/min DR R HHE L, K\WT, 10.0L/min, % L T, 15L/min OKf
DERDENT EBHL 2L R o7,

E ] St ? = E

= XE St S

—g_ 2F Sk = B

o SE SE Sk

E = 25 =

=3 1 SF @ F 2 E

8 A Sm:S=1:2 § Sk S

= = P = F

= Sn:S=1:1 § 2 o =

g Sn:S=1:0.5 E =P E

- Sn:S=1:0 § § 3
@ £ i .

........................................................... Losasanag [l ! ! ! ! ! ! Lol
200 300 400 500 200 300 400 500 10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
Wave number [cm™}] Wave number [cm™}] 260 Cuka [degree] 26Cuka [degree]

lean < rich

Fig.4-15 &&HXREL5.0 L/minTHKIE L 7288 Tld, &5tH XRES.0, 10.0 L/minT
ﬁxﬂ%tt:ﬁﬂtttiﬁ‘a LT, REICKRAREON, FREAEBEIERINTVLDS
ZENEZLND,

5L/min A

3 30 nm 410 nm
RMS: 204.5 nm

:301'1111

Flg 4-16 & u+7J AjRE5.0, 15.0 L/mln’CEZﬂ% l, f:?ICHODAFME% Fﬁ%#
10.0 L/minTRRIEL 7=l L W HFBTH B Z L hhH 5D,
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Sn & S DFERHAROMAEGL ZEHE T 3 Lic kY, HHICERRRONZ LD h o7, S
DUFGEDEM T 51 L7235 T, SnS DI TH 2 2 & 23, HEHORRONE, 7
~ VokiE, XRD, GIXD 2 bR & 7z, £72, SnS DI ZALHIIC 72 2 IC D TR & 28
BUEL 22 L icBIL T, SnS 2BREMKROVWETH 5720, FiGEKL 5o R0 ThH
2EEZbND, T2, AP ATEE 5.0, 10.0, 150 L/min & 2L L7=HAICHER S N2
JEIC =R FED b L7z,

4-9 I AP CVDIC ko> TERL X N7z SnSx D TEM (T X % Wi 2

204G I A b CVD ICHKIE & 2172 MoS, 1B L i3 TEM WiififR2 b ERiE 2 E L CTwb 2 & i
B 5 22 & 720 7283, MoS, & [RIRRICTEIRMEE 2> 2 L B3R 5T % SnSx 2%, 3G I A+ CVD
ZHOTHEINZGACSWTHERWEEZE T 20 Z2HO 2T 2083 H 5, £72, MoS:
OHICIREBHIEICE S oo 7225, 3G I A+ CVD 23 Lick by, JEESIEZEED
AT E LTz,

K 45 IWEBSEMF LR T, RETOREER T, SRR % 0.002 mol/L & iffi E T X
Bl H L C VI0RIREE & L 7ze S AURERNAIR & R ET O W TR 21T o 72 5, BRUBGHE 23
FEH T H L ME AR SN CH 2720 TH B, Z I CHIEEEEZ FFacticky, —E
DX N2 R % 1 R L 72 5 X 5 ICFA%E L 72 BRBSIRE 1 300 °C & L, HEARIZ/E A 0.6 mm,
30 mm AD Si HIREFEH L7z, FX ) THREERTRCIE Ny TAEREHAL, RIREIIRDF
HICHEE SR N7z 15 L/min & L7z, $72, &EEOAROME]IE, Sn:S=1:1& L7

Table 4-5 EB#HEZ B & L 7o pIERER

Ex.6
Solute A : SnCl2-2H20
Solute B : CH4N2S
Solvent A : methanol
Solvent B : methanol
Concentration [mol /L] : A:B=0.002:0.002 mol/L
Growth time [min] : 20'00”10°00” 7°'38” 5'27” 3'16” 1'05”
Substrate Temp. : 300 °C
Substrate . Si
Growth system : Fine Channel Dual mist CVD
Gas : N,
Carrier Gas A/B [L/min] 7.5/7.5
Dilution Gas A/B [L/min] 2.5/2.5
Ultrasonic transducer : 2.4 MHz, 24V 0.625 A, 3
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4-10 FEAER

X 4-17 1

CKIER DRI D 7 = v ortiEIic X R AR T, BURKEES 1 > 5 LT %G

SnSx ICHHKT 2 7~ v AT bPARIERT 2 2 LB TE R, KIERIEZ 3 5 16 P EE k2
&, IFEFICHUNTIEZD 523, 224~226 cm f13LIC SnS D A, DA FIRENICHKR T2 L Bbh s T~
VAR PAPHERTE S, b, BRI 20 4 CERLL 7230622 5 13 SnS, D Ay, D TR
FICHHT 5 311 em! fHTICElV T~ v 2R27 PADED LN D, X 4-18 1T XRD i< X 2 43H1 kG
RaRd, 35016 LA o IR C/E#L L 7230kl 2> & 1% SnSx DTEHIC K3 % XRD XX — v
IR CTE v, L2 Lands, GIXD OFEFR2 S 13 14.6 fTICmENF, 7 r—FTldH 2
D DD SnS; D(0N)ICHKT 2 v — 27 BERTE 5, 72, 55727 BLLEO IR c/E® L 7=
B 513 14.6°D SnS2(001)IC KT % XRD, GIXD ¥4 — v BHERTE 5, X 51T, 20 Fr[ERK
JEE L 72 50K C1E SnS»(001) D fhic b 29.7 °fFIED SnS»(002), 45.4 °ffUL D SnS»(003)D XRD & — 7
DHERTE %,

Fig. 4-17

Intensity [arb. unit]

20m0s 3

10m0s 1

7m38s 7

5m27s 1

3m16s 3

Intensity [arb. unit]

1m5s 3

substrate 3

Foiiin G T Liveniinn Diveeiinn Liveiiiin Dovviiiin :
200 300 400 500 600 700 800 200 300 400 500 600

BEEREESREBVWTERLEZZRDO S v U OREICLIIDTRR, BEERA195
MR LRI D IESnSICHRT B 57 ART MLIZHERTE AL, IR A3
D16 U ETHERE L 723 KD 513224~226 cmFIEICSnSDAD D FIRENICHRT % &
BbhNd 77V AR FPLHHERTES, I oll, HEFF220DTEREL AL LI
SnS, DA DA FIRENCHERT 2311em TITICH N T ¥ ART MLARDHON D,
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Fig.4-18 f&i;%fﬁ/ﬁ*#i@iﬁ%% WTHER L 723 R OXIREIT IC & 2 DfE R, XRDOIERA O
N16# & V) B O BRI T, SnSyDRICHF T BXRD/SX — > [JFER T
é‘&b\b‘ 59 27F LU ERRER L 72354, SnS, M (001)ICHET 5 E—7 H'14.6 °fHiEIC
B3, I5I2, 200 EKEE L =5 K Tl iSnSz(001)LJJl]x_’C 297 ° 454 °|C
SnS,(002), SnS,(003)DE'— 7 HHERTE S, GIXDDIERHD O 1E30 1670 A LR L
1=354, SnS,(001) D E— 7 A HERTZ B,

4-19 1T BRIEIERE] 20 [ CEELL 7230k o TEM Wiifi{i§ % /n 37, (KR O Wi TEM 2> 5,
W EHIPHN % —FRIC, 8.4nm FRFE D SnSx HEATER I N T Wb 2 &b b,  72m 7 fiEEE TEM
205, TR E L7z SnSx M EIREE 2 H 32 C L ERTE 5, & 51T, EDS Z W CE#
L 7=l BlDITCHE DT 21T o 72 MR 2 X 4-20 1SR T, JERICTEK I N8 EA 5, Sn & S 23
INTEY, SnSxHEEATERINT B Z B3bh b, L Lants, U 7z SnSx #lkE 1%
B & ATICAR LT v 2 BT ASMC & FoAR & \IEICHRER L T 3 X 5 ICRZ T 51 3 23
TEL, RrfEicZlwZ &b, BrIicB L <X Y ICBET 3 5 72 212 & 53 fE RE T I
TEM 8% 3H L7 & 25, B E 7z SnSx wifiild, P IcEAMR & FATICHERE L T w2 T L,
A RIREOFS A ER > TELZ2ET LBBIETE 2035 5 Z L BHL LR o 7(H 4-
21)[26], £ 72, B BRSO, AR L 72 SiicHkd 2 E RS2 — v ofthic § [T 2
Ry FRHNTHE Z EXHERTE L, RO DREPT & — ITHHY T 28 E Si(11)DIH
tikads; ~ 0314 nm 2> MG L 72 [27] NHEHGLIE Y 7 b (Imaged) % W CIERLL 7250kl 0 &
TR ZE Y A AL, B & — v OfifRds,s, 2 KD 7= & 25, dgys, =0.286, 0.323, 0.595nm
THolz, TN DOIHEIREICHY T 24555 0701E, Z %27 SnS»(011)or(101), SnS»(100), SnS»(001)

CHET 2B TEIT- 2 —vThH B &E 2 5N 5 (X 4-22) [28] [29].
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Carbon ink

100]

014 (o2}

Fig.4-19 {EREREARZ AW T200FEME L 7= AR OTEMETE KR, EEEROTEMBE G
o, MELEANZ —HRIC, 84 nmiIZEDREDBEATLHREINTWND Z EHAHRTE
%, ¥-EDBEETEMIEERD O, RS N/EEI14~15BREDBIREEEZET
LT ENHERTE S,

300 nm

Fig. 4-20 {EREREREARZ WV T202RHKE L 72580 (a)STEME & (b)-(d)EDSIC £ % TTH S
WHER, RS NEEA D, SnESHREEINTWE Z & bhh D,

TEM image
(@)
Carbon ink /_\ G
& . : ===

SnSy

Fig.4-21 {EREREIAR%Z BV 200 MM L 7238 0 () (D)RTETEMER & (o) E 7 LIERK,
RSN BB, BIRBE2ET2BMEERPERYAEIZLICE>TELSE
TLHEEL TWBEMHIHERTE B,
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Fig. 4-22

X4-19() D{IE TEE L 7-(@)SiEMR & (b)IERERLLAZRZ A W20 MR E L 7238
OBEFEFER. EROSIHFORIF/ X -V EIFRBRZREIFARY AR TWSEZ &
HHERTES, INODOEIFTARyY MIEET 2ERAMZSI(11)EO AR SR 5T
L7=& 25, SnS,m(001), (100), ((011)or(101))DEIIF/XX —> TH B Z EHHEE SN,
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KECiE, I AL CVD I HWTHEZE S n v 2 25 2 &, KERBERICSBHILYZ=EHK
HEOELZ QIE L L2fRICOWTE L0 bDTH S, AETRFEONFICOVTRIET 3,
Fl1E HR

H1ECTEANEDT —<TH 3 TMD, MoS; 2T EM L7, BIFE, MoS; % SnSx il & 1
- 7z TMD Y& @tV RJE R EE 2 FR 3 2 FiE L LC, ME, MBE, CVD 2% %723, b
DFHEICIE, HFoN ST 4 XDIEFIT/NE S RKERBER~ DO KBUESG A RS ch 2 2 &%
SRR I SRR ~D XX — UL 32 L, RET AEOEZE Ry o — X — il X
NDEIANF—BERKTH D Lo B ENFEL, LEL~DRPELZE> TS T L /N
L7zo AT, BT v 225 Z &2 <, REBEEMRIC MoS, % SnSx D& Ehift
VIR RS2 FRS 2 2 L 2 HIWE Lz,

F2# IRFCVD
B2 BT, AW L 2 EBCRIFEERREE IR FE IR P CVD BRI O WTHIM L
720 XA N CVD &L, HEEWKT 5705 % & UHTRA Z B MR L 72 JFRRAR 2 S I X - <%
b, FRIFERAR <7z L 72 ROGIFNERIC R E X L7z, ZEFGIRELL BT U 72 0K b o2y
fRR)GIC X 0 A2 TETH 2063 X 0 v SN T & 2 IEER T35 D MBE % CVD i%,
ANy 2 Y v EBMEZ B, B E AR D ORI T 2 - 0 FERIEBUCHIRE H 5 2 &%
FERR MR T 2720 G KT AN F -2 HBT 2L O LIRS 2 HLELTFIETH 5,
IR L CVD IIFRIGHF & S R+ OBFEMOIZIRIC XY 774 vF v AT, V=TV —2A
FHR, Ay b= KD 32K E NG DS, RIFFETIE, MoS: HIE{EHL D 72 o I B 1CHE
MEN7ZFRHHG RS BBEARTRTH 5 2 L, FHITH 2 KA DMEEIC X 5Lk % i
Crdic, 774 vF 2V FRERHAL 72,
¥72, IA P CVD (RBRICKSE T CHUNRHZFIH L TS 2 2 7L —ik oERICo
WCHIHL 720 A7 L —ECHEMA S N 2 EER I EZHH T 2 20 IEEZ b, ZE LR
BloffgANEECcH 5, —77, I A b CVD T L 72 ERERE L, BKE N2BEEE» N X 0»
e, MEEZF-RW®, EHERNICHD 2 ZERNETH D, 20720, JFEMLLE %l
EHAC X o THIET 2 2 L A[RETH B, 72, HMEEEZIC XV AR 2L, EfED
NTOEPNI WD, Y2 (G5 2 L 3A]| f%éo:n%@@m#&,@@%@Mﬁz
BUEICIZ I A+ CVD L TWwW3 Wi 3,
ST, BRI FRRAR 2 v 2 SR 2 M L 72 IR Fi%TH 5 T A+ CVD I%, KIfifE
FEHOTR L — IR S TRETH 5 Z L 2N LTz, Shd, WS ZOARFERE LD D
HE D i A IR ISR L 7o B, WIRIZIE D ISR T 2 2 L L, WikoE ko, F4 TV 7
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02 MHREVWIEHRDE-DTH L, 747 v 7 X PHRICO VTR, BIFHFEDOI X by
FUTICBWT, ATV 7 A MRKRPELC TR TNITTHIACTE A WIHRPHEECE -2 L
6, IAF CVD THEI~VA 70X = bA P A XD THoTD T4 T v 7uX MHEHRE
LT3 exBIBL, $72, [UMEMEEZFIMNT 2 IR CVD RO KB TFiE & Hi L <

[HH] LI RIT3 =2z 5 2 Lic kY, MEROBIFLERB 22 2L LY, [EkFET
FRETE LWL D BEBSEMEOT, BREOFERITA S L2l ZoMHD THAEI N
HEEHAR I X F VD I W T H RN L 72,

MAT, IA b CVD I X o TER X W= @@L REEIC 3513 5 AT 2 Hlic 1T ¢, 3
A b CVD AeEhiftP R EEFRIC s TOAFRERFRFETH L 2 L 2ibx, T 5 kT
FICHEWTIFIAL CVD IC X o TR SN JFIREE OB 380 b Tsro7- T &b, At
RDOFAEICOWTE KL 72,

B3 IR CVDICX 3 HALEY 77 v (MoSy) D EHL & Rt 3Tl

HIETIE, IAFCVDICX>oTMoS: 2FT 21cH 720, JedERER D SMICo VT
HL, AR —VEBEZFEHAL, Mo & SHIlkAICZNEZN, =Y 7T VEEANT vE= T LMK
e FA7 LT 2FHAT LX), MoS2 AETIRETH B 2 L Z AL 7=, £/, {L¥R
A D W R E O A R L, (83 2 W AR A2 PR L TR A TV, 30 1) M
WEDERICH > TH—AHEAEKT 2 2 LTI L7z, 51T TEM ZHWCHiZ#E L
e, TERBEOERMEEE T2 MoS; TR E LT3 Z LSS A & 7x o 7o, WiTHI (R 2>
LELNZFEDHEREZHCTZY 7Y A MY —IC X BT 21T 2 2ic kY, FlAat
SERD T L 720

i

F4E IR CVDIC X W LA X (SnSx) DFHL & iR iff

%4 E T, MoS; BB REREE L LT SnSxiIcEHL, £9, ZORHr—ik
{9 7 NS D W THREAN L 72,

SnSx MK DOEHICH 72 v, AilkA L LCHAL 7z, $bX XK & F4 7 L T OB R
FEICDWT TG-DTA % W T %17 o 72o TG-DTA OFER A 5, 250 °C FREE O B
DI E N2 & PAHELTE 2 HMREYG) I A+ CVD ZFHWTHIR L 72 & & 5, FHIEKA DB fiF
D EOBBERERLETHEZLBHL PR o7z, T2, FREEINZEEIX T ~ v aikic X
ZHEREFR D & SnSX WAL ST\ 2 & LIFHER S 7228, X FREHTOfEER S 5, SnSx I
KT 2 XRD NX =V HBIET LR TE R olz, T, BT Sn HibKIAR L S FEKIR
BRIGL, BEHCRELRWE~L B L2720 TH B LER L, ZOBRRIIETMECET
3R OEHE IC B W THHERINT VB 2 Eh b, Ao ThFERTHIZ 2 L EZ D
N3, 22T, KMECOWTHERT Z27-0I1C5H3HMRGIG) I A CVD ZHWTHET 22 & &
L7zo 3G I A CVD IE, BiGI N7 I X MEHIZAEZ ICEHEST 22 L hnwi l, HROH
Bl 2 P R ICER B~ I N3 720, HERERICOMR R EHEE LTWw3,
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3G IR P CVD 2fffF 2 2 &ic X b, HiEAGEE OB R IR L 2 BRI K 03T b
3 L ERTE, (ERLX 72 SnSx HE I SnS; D(001), (002), (003)D EHAM 72 XRD ¥ — 2 3
Bigans, £, FRINZ SnSx HIKOWIMZ, TEM ZHWTHBI%HE L L 25, EikEEx
ALTCWBZEDHL Loz, EHIT, TEM W2 & FAIFATICHER L TV 2 AT LIS
I, BHOMEPERVAI ZLICXoTHELZETLARZ T O,

AWPFEIC BT LD X5 RGN0, 512, MoSs, SnSx & b ICJERK & 415 #ilifh ¥ A
A OKERALL, ErEPEO R, EBHE, HEEEOFR % rIHe & 3 2 Hifi oA A X T
Hb, Ibic, KL TIIFHIARENICE DS 257228, ETFHFMEOHFHEIC DN THIT I HE
ﬁ§%50
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BE:

Apx.1  FHfEE NEE~ o R

IA P CVD T XY, MoS; * SnSx 5 DJFIRYIE % Kifa 223 —I1C i3 5 2 L 25A[RETH 5
CEBHO P E R oT, £ TREEL ZHEOICHZREI L2 & 24, LT D X9 7 oA
FEDEMICE - 7=,

1 <25 MoS I EHAREMA & LTI T& 7%

2 BIE o BB A M7 EL, Rz AL G EER T 5, b L IdAA
AR Y RS IETHEHLTW 225, MR ZESE S 200REETHZ 2 LA A
VTS 2 L ITEOWREERR 2 3 TE RV e Lo 2[EEH 2

3 22T, IA}PCVD ZHWT MoS, ZiEig o B @ ICEEES S &, BEREMER L L
THfT 3 e 2ERL

4 L2 L, MBI LEAEIESHED Y vov ) v A— ¥R b v OEfliivA L DIl
Lo B Tl e <, S EM A TRIR 2 FE oAk E 2 fr o PRI TH 5 2 L A
%

IA b CVDIC X BT, FARPEERNICIH > Tt 2 7 v XV R C %, RO
AIE BN RYIDTEARIHRAE L > C e B3PI NS 729, BHERIGIR & RO BB R~ D
B e U COFRICHE R FIECH 2 e THEINS

6 oIz, HHE~DHEEAFREIC e E, Bl 3 2 AGEE OO X 5 ICEMOFRO R % it
KIBRECE 2 X9 ki 2 fi-e s 2 e alfEiIc a3t E 2 bN 5

BfEE clic, MEENEECN L CRT LV CRE RSB ZER T 2 2 L o T% 2 Hifiid 7
WA, RiBD I A+ CVD v A7 A DOFMERIC X 2 R FEER T, IS PNEE~ D ER D TE R A3
RINTEY, IA b CVD IFEMRDIPRITKEEL 2\, BRBR~DOWEBIEK 2 EH T 2, JEH
CHEATETHL 525, £ TR TIE, FBENBICHNL CTF/ LV CEME
B % RS 2 Bl OBHFEICEU Y Ml T E AR OBREIC XY, Kkx BIEZ -FEE O - 7=
flifE % AT 5 © & 2 HI & 2 (2 Apx.1-1),
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AERENE [ sE#Ic L 2REERT
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N EEELHRMRAR SM
_ﬁg//y/ ERREMANE
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=1 ﬂi&f,
NN _ AEMICESEROEL
2z hovD ARBIKEET OER
Il

S—F7 40 %

EETOELREANTHLE ife

SR EENLORRERARE 8075 % T L F—
IEBIT % EMAIBEE o C Bt i e

Fig. Apx.1-1 AAROER, TXFCVDZAWVWCHRAERNEOL S hEICH L TaERE
BEEEBEOERNER AL BN, AREOH/-AMENEAEING L
EZ oMb,

Apx.1-1 FEEFIEH I T 3 HEE

HoE i3 K oMEERROEM 2 EL oG I Tw 3, HlziE, Tixo4ig
AL 2 2 ETAGEE CKGAARBEORMBEORKED X 5 4 v 7 7R HBHEZ v
DY) v ED XD IR, HORATES O, ERSE, ZofloKEFEICHE TR,
T/, ROFEEMEE L VTR AL OERNOM AL 2K 5 I8 TH 543, A RIMERE DB
DizDiT, RO B 385 & N TINE % BT 2 0B Rl fTbhTn g [1], 2hbofflo k
H1C, ANLHNICHELE X N7 REETZR 2 FofM i B2 b3, ERAEHZREL T3,

Apx.1-2 IR PHEE~ O RERENE I B o i i

Fidoflokkic, RFETERL T2 THEEBR] &, TADEHEZLZ 5IEF ICEE R
HMTh2ICb20b b, T OFMGEIIREDOMEREE~DOFH & v o 72 Y < [HRER A
LLTHY, Hienflifizfts L X5 TRl 3mEcd s, LFETE, ZESITOHKI2D
T LRk A T B IRST X 2R hERIICEINIC AT R B & v o 2R B P TR
DRGEMBFEH I LTV 2], BRI E LCoffrETh b, ik, HE
EROEM I H 72 2l % 1532, 2% 0, MEENBE~FZEEEFi/l-FcenTc& s
1% &R E R BRBEIE D TR A3 70 72, B LCOMML 2 TE b THDS L
THET 2, dbL, 7/ L CBEREEEZZI T 2 C & 23T 2Bz S g, ek X
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DHEHEEOE VI —T 4 v RfiT N TE, MAEOMAMHRIISICIERTELEZD
Nz, 2RET, MEBENEICH LI L GBS R EREIE 2 KSUE T CIRC & 2 il 0B
FEBx 7 <, PENRFIMTRESE & (3 —Fr A2 E T BB T B B,

AWFFEIC &0 PR P BE~ o &y bt BT 75 S E BN 25t 52 U 7= BRI i3, R R o8P i B AE
AN b7, HERFETIIBIREMOFIRIC X W EBH L 2 o7z, MEEOH 7 2EEED
Bl C & 3, HlZIE, BUER I —T 4 v 2T X 2KEE 2 KIGEFEE O RGO il [3]
ENHEEOMAER L, MEEMNET 754 A(CKEER, BEELZ) ORI, EFHEEHR
D X VIEILGIEH, ATIME oAREEEO M EE13B% T b5, ilkolkEE e KGRKED
BlicksnTid, NADEEER 2 2L 75720, EFHICKE REAWMIESD 2 & Bbh
%,

Apx.1-3 MEEHNEEZ MR E L7232 F CVD ¥ 27 L-KAGUYA

kD I 2 b CVD ETIZFERCER E~ORBEE HIY L LCwiz28, AR Tk B E PR~
DEEREHEE D F A OB = HiE L <, 7 U E (KAGUYA) % 3l fF L 72(X Apx.1-2), &
P IC X 2 A E N EE~ O & i E S RE B E RN O AT Ic H 72 b, BRIEEM IS8 (NEE 70
mm, £ 350, 700 mm)ZfEH L7z, AEEZMHEH L 72Mi, BEO RS 255 GBI EE T
Hb, HEMENCIE, FUAREEMEZRVIBELMERT 2k 2EBRa 2 MEIREER L

T, LEWMEATIL, B, TAH) CRBICT Yy F VY T2 ERARETH Y, I HICKSRE
FITH T B ETHFIC BT, PHCPTHE b~ B C 13 & S8 2 B A T HE C© & 2 ML Hhish
(ZnO)Z FEIR L 7= [4]1[5]1[6] [71[107]e 7x BARMIELEE (X, BN ROMEE % LT ICERT 51
HWEizaCcsh, RYOMHBEENEREICE > THIKT 2 2 L 3A[HETH 5,
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Fig. Apx.1-2 KAGUYA® R, I X FCVDORENRZ, FRFEA» oHMEAEERTS I EZBELT
¥R ThHhb, REOAEDRBOBZ THBE I D, HREEMICIZAE70 mm,
REI700mmOAEREZ EIR L 7z, BRERMORREDO-DICIE, BEABEROKRERE
PEBEERD, 22T, REBERBIEBCTLAVEAVWTCIYyF 752170, SEZK
EL, ALEMEZBFEATLZEZBELTWS, T, FRATIEMICIZLE
HREMNKD >ND,

Apx.1-4 KAGUYA I X 2 Ff& %8 NEE~D ZnO BT A FER

F Apx.1-1 ICEBEEM 2R, BBRARI I ISR 7+ F 47+ b F— + ((CsH70,)2Zn,
Zn(acac)) & L 7z, WHICIE A X 7 — v, oK (deionized (DI) H,0), 7 ¥ & =7 /K(NHsaq) %
ZNZEN, 97:3:1 DEIEGTRALZBEZMEMN L 72, O, BRI X 0.02 mol/L & L
2o ¥¥ UTHA(cg)BMAA(dg)e bICERN)HT AZMEHL, HiElTcg :dg=50:50
L/min & L7z, b —Z—ifEIZ FC X I 2 b CVD IC X 2 &fTHIFEIC B\, BB 250 °C @
BAECHEE DR\ Zn0 HEAERATEETH 5 L DA, 5, 250°C & L7z [7]. 72, AHEED
JREIPHICH > TRIES 2 20 IChEE 2 ER S 27, 2O, EEEIIEKE 0.1 mms, 51
% 0.5mm/s & L, 10 5[RBIE L 72,

BJ Apx.1-3 I EZ O LEE ORET 2R3, Son-MEXREL L, iRIkths L
Bbrd, £z, HEOEKICHMAELTEHY, HRENEECH L CGEESER S L T» 2 H
It & DTS20 b N WO ERTE 2, BONEERA A L2 H R, b—%—#
Ee AR, BRSO I 2 b 7REE, FRENFORBEREARETEI Rz TH L L H
bbb, T, WEEROMMEICEL Tk, AHEE & RIS 2 v odbiilofFiic X 278
ThHhdrEHEZLND,
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Table Apx.1-1 KAGUYAIC & % PRI B M BE A~ DZnORKEE 5

Solute : Zn(acac)z * Hz20

Solvent ‘methanol : D. I. H20 : NHzaq =97 :7: 3
Concentration [mol/L] 0.02

Growth time 10 min

Heater Temp. : 250 °C

Substrate quartz tube (ID : 70 mm, L : 700 mm)
Growth system : mist CVD KAGUYA

Gas : N,

Carrier Gas [L/min] 5.0

Dilution Gas [L/min] 5.0

Scan speed [mm/s] 0.1 (outward way), 0.5(return path)
Ultrasonic transducer : 2.4 MHz, 24 V-0.625 A, 3

Fig. Apx.1-3 KAGUYAIC & 2 ZnOSEETE N ERDRER, RS N/ZBERABEL TW5S T EAHE
HTEB, £72, BEOERICOGBHELTEY, @QFEIERINTLWEIEE
b)EBEOEEA D b N WELERTE 5,

Apx.1-5 b — X —ifED ZnO HEIVRIC 5 2 2 B DT

AT OB EFEERIC 50 C, BIREHEARE TII R 201c, Boh3EPABELTLET I L
DRI N, % ZCAEIORERETIE, v — 2 —DEENER IS Zn0 HFIC 5 2 25
BIZOWTHFTT 22 & & L7z, R Apx 12 ICFEBRSEM 27T, AIBRAGAIE (3 A o g5 &
[AfR, Zn(acac), ZfEH L7z, BIEIZ A X /7 —, DI H0, NHsaq ZZ 24 90:7:3 OEEGT
RBELEHEAGERL, SRR 0.02mol/L & L7z, HAEIL cg :dg =5.0:50L/Mmin &
U7z RIS AL 13 250 °C 2> 5 400 °C £ T 50 °C [HE 2L T TR 1T o 720 73, AHioD
BRRBCIIAEE 2 ER X3, MRS NE IR IC— R 72 IR R A AT RE 2> Beat L 72,

B Apx.1-4 I KBRS CHBEZ O ARE DK 2R T, b—X =R 250 °C D58, T
BRONZIZEFHREREOEK AL TE, HEIIR N Er o7, —J7, b—X—REH
300 °C LA Lo, WRENZEEICHBEIEL 2 EHL 2L koT, T, BIREAEE
Ze—Z—hoREML, AREOHIEEREZRMRECllL 2L 25, e —2—iREXY
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Table Apx.1-2 £ —X—RENIREICHER 5 TE DR

Expt.1 Expt.2 Expt.3 Expt.4

Solute : Zn(acac)z * H20

Solvent . methanol: D.[. H20 : NHsaq =90:7:3

Concentration [mol/L] 0.02

Growth time 20 min

Heater Temp. : 250°C 300°C 350°C 400°C

Substrate quartz tube (ID : 70 mm, L : 700 mm)

Growth system mist CVD KAGUYA

Gas N,

Carrier Gas [L/min] 5.0

Dilution Gas [L/min] 5.0

Scan speed [mm/s]

Ultrasonictransducer - 2.4 MHz, 24 V-0.625A, 3

s N
Outer wall temp. 220 °C

Outer wall temp. 260 °C

%ib RHOND, (A —%—BE
HRNERTE D, BRI N

Outer wall temp. 290 °C

Outer wall temp. - °C

Fig. Apx.1-4 E—X —REICL> THERI NS EEDKFIC

250 °CODIFE, FBRBERELAFERINTEY,

EEAABLTWDI ENERTE D, wn®it,t—a—ﬁ§bmm BB
SN, ABHIEHRD I ELVBRTE S,
Apx.1-6  EHKEI) 2 HRETE K D 72 © O B E O R
KAGUYA D EEREPMI &, BRMiEG 2 v, F3EE, v — X2 —CHEhTnd, oh

b =0 DM O Ll & IEREIC B L, AR A ER & 7 B IR RO A 28 A
UTLZE ), KAGUYA TlE, b—2—ERICI T oNnTnd o, TECHE %%
5T LHRTERNVEYD, b—X2—DHOENCFEE, X & HEE OPLTE bt 2 BED) H

%, HiffiE COMMEER T, EE AvidERE O TEEEHD R Y v M iEs OLE TR 53]
RETH B, 17, FEFIZEFRICIY I oNEERICIROIALTHEDADZYD, ffiEHE%
BTERV, 2, AEEZETEEICIOADZODBEIE, GEEOUEED 7= ® 1R o Fhk

CICY AT o, MEPHEHEPIED>TLE I (X Apx.1-5), £ T, EIBEEEICHD fF

J7-t, fIECHEE ZPHEST 272010 XY JliFAET — 7 AXY Y =T K-~ 78 X —&~
Yy FAED AL, XYSCG80, I R I)LMHAFEIT — 7 AR A Y 525 —2 90%x90, TD-902, sk
IO ZBEAT 2 Z Lic XY hofiGbe oo L2 BifL 72, R e — % — ik
JANETHTE R AEERZETEIL LN EEL ko, T, KEHBROEEZH

78



T ZnO WfEZ AL L7z & 2 A, FIfEENEEIC R IC—RRICHEESTER S T 5 T & D3RR
TZ %,

ARWFFE TIIA R OJAHIFHICEH 2 ZnO WO IZE S R o 7228, T 5 WRMICD
W 912 ZIRE iz v,

Fig. Apx.1-5 (QFEK/ XILOEERA DA, ETF_HLAOIT—IC4RKD AL THEFEL TLWD,
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578, fIENT NPT,
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S ¥
" 9

Fig. Apx1-6 BREBEDMUEBES L VAERAEDL-HICEA L7-(XY#AET — 7L (XYSCG80, I R
e OERT — 7 IL(TD-902, HHRIBEHE) . (22D T -7 ILZERICEKREINT
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