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2. 518a8ANI9IVINSNLASUIINNISIY
2.1 uni

Hagtuiimsth3Bnseng 9 egnannueuuszgndldlunsdanseiianlussduunly sudaiduunsiynesnlusdil
Tassasrsudnszduuly itothluliussivgidugunsaiuludidnlnsind lnenisdaessiduarnsavilduarnmas
waia vanademaad waz wadansildnd wu wadansilissmenaisdule weadansadames wadanis
ponBiatu wiaila Pulsed laser deposition mAfia atomic layer deposition way Walian1slHUfATemaadl s da
annsnmuaNTInYasan Tassads uay anmiuiiestagldnmsauaumaiwesililunszuaunisudn dmsy
naluszgndldodnsdaunmlussdugnamnssuawialugiiu nsvviunimaavdoduaneiflduuisasdosaninan
dunreviniauldegnadinunnuazandiniudenis amnsavengseAun1THaRINTEAUBsU fURNMIIUgseAuanamnssy
5ﬂﬁgaé'faéfaﬁ%na'ﬂuﬂWsé’amswﬁﬁaaLLazﬁmmmﬁqm IngmMATANISIASENVTOAUATIZANANUNNAIY Spray  pyrolysis
fuduivensuiuindumaiailiindestetugiu uanles sauttannsafinvuneviefuiafidosnisindoufiduun
uay SesiomsvenesEAUNMINAR [1] MIasmuneiuaiesiie gunal uas arsieiu dulliaignaiudieiieuiisuty
?Jgﬂ’liéljﬁmiwﬁﬂa‘uﬁ?‘EJixUUﬁéfEJﬂ%ﬁ%UUEjiymﬂﬂ’lﬂ 9619491 RF magnetron sputtering Low-pressure chemical vapor
deposition %8 Pulsed laser deposition 6’2’}@mwﬁﬂﬁfﬁaaﬁﬁﬂ%aiwsludawuanL.maiaﬁ%ﬁmaL%%ﬂ'auﬁqu uena Nt
NITUIUNIINISIARUI a1 IO sUAIvRIHaNUNAIemALla Spray  pyrolysis é’fﬂL“fJuﬂivmuﬂ15ﬁaﬁuauﬂﬁ?\léuwﬁ
aqmeuﬁlmmaﬂwmywumLﬂusw3uuawummmammumiu 2, 3] Faduaudniaiddylunsduaiuuseaniamnns
vavesiufvlsygenn saumﬂ5vmumsLmammiaﬁUWauiummﬂeuusuau dessuifisuiumeiafidou aiew
Hauluszuugaane

Tassn9ideiifunisduiunuidedermsduameifiduusiyneonlediidlasmdnszdvunludiomaia
ultrasonic spray pyrolysis (USP) fesvuunisduaseiiidaunsiemedia USP fiaglévinniseeniuuuasianniy i
vosUftRnsideiiAndfiuinaziawes (Suface Physics and Laser Research Laboratory) na3wiland amz
WFEnNT daa. IWEJQJQLﬁumiﬁﬂw’mzﬂ{]ﬁ]‘sfﬂLLaS‘W”Ii’]ﬁLG]E)%‘UE)Q?%‘U‘ULLaSﬂi%‘U’J‘uﬂ”Ii (System and  processing
parameters) 3zdravgalssanszUIuMAnuazanTRveilduuaiyneenles 1y dnwusuarsluuuvesdlasiaiie
V9455V gngfiveagiusesu dnsnislnaveuiiaiing arududuvesaisarate waz sveziialunisugn udu
audivesfiduusiyneenlefazgninwuariinmeiiemaiadesiuiimefesfiinsldvhmsaduasianntuly
Wi nfieseadunisduaseiilduuns Iun UV-VIS  Refection and  Transmission Spectroscopy, 4-point probe
measurement, van der Pauw Hall effect measurements leautnialeludesiuldnmusesns Wauu193avzgn
dwonluAnwitsdnmewmaila FE-SEM, Raman spectroscopy, XRD Wag XPS
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2.2.1 Ultrasonic Spray Pyrolysis

Ultrasonic spray pyrolysis (UPS) Lﬂumaﬁwﬁaﬁaau%’uﬁ’udwLﬂumﬂﬁﬂﬁiﬁﬁm%aaﬁaﬁugm Tandey s
annsofinaunvieuififesnisadoufiduuns uay MedensueesERuNIHaR [1] MIasusduedesiio gunal
LAY UaY A15RaRY 5uﬁswmg_]nﬂd’1Lﬁam%'auLﬁauﬁ’ﬁ%‘msé’qmeﬁ?\la’ummﬁaUizwﬁﬁaﬂ%izquymmﬂ DU
RF magnetron sputtering %38 Low-pressure chemical vapor deposition ImagﬂmmmmﬂwﬂmuﬁaLLaﬂﬂNa%N
sesuunluldanduneulunsdunsedt Spray pyrolysis Wumeailansideuilduunsinenisyilianssedi (precursor)
Fettanmiduldfiveauds vie veavailiinarefuazons (nebulization) fifluuwiaveseymeaidnszdulalasaudeuily
Tneflufadmlufigiusessu (substrate) Fisnsiviliasduiudunaaduaresmisoumaruadnsziulunseunde
uily fegeneiunansds wu nsldan nmslianudeu wie nslinseualin uiisiiduiivessuiuidiuszansammann
‘ﬁli‘jfﬂ flo nsduseaduauasandledn [1] 3958ndudn Ultrasonic Pyrolysis windia USP 1umafinndefidndnnis
WWeatunaila Chemical vapor deposition (CVD) wikansafunseil waila USP fianssadiu (Precursor) agluan1uy
vouvas luwaig?t walla VD ansiduilanusfuuiia UPS  Sufumeilafinaunaundnnisvesiia wnada Spray
pyrolysis iU wadla CVD W lisaeiu



1) Ultrasonic Nebulization and Aerosol Formation
wada USP WumadeilildlindusaniladnlunmsiliAnuiasemaed udiiwiiviilfasdsunaisaninan
younandulevieazessiifiuunvasoymadn (aerosol) luseaululasaufaseduunly Werdudaniludinanuidugs
indeuiiinssunndinasiiduvesvan Werduadeudidnlulusinans synanielusinansaziinsvasuulasmiy
yuuiy shleymeveseuvaiindunisdauasdnsueeviliiAntanudugauasdsaradusniudmedueg
fuanufivesadu lussieiiindunnudui edusanileinazaiddnsemaionosermatumeludovesounad
tfu Wosemadsnannaglsiannsagandundinuanaiuldidosnnaelureslestuuanainia uaz wwngaoenaini
vowasmarlutsiiianisdanietasiinaudugs Usingnsaiiiendh cavitation (Maasrslwssernielasnslindy
Armidige) armdiluasaadugeifengeussanm 2,000 atm Tnefinesornimasiadeuiivaneenuifeanusigds
280 m/s Iaw cavitation effect lafinsAnunduadusnlne Lord Rayleigh [4] lummssudl 19 drdudumeunisiia
aerosol nAauSaniluiin uansdslaezinsugui 1
ANUANITUSTENINUUIAYBIBUNIAGYDRY (atomized droplet) D fuaueAduves Capillary waves A (Capillary
waves o AdumurETAntwdomnuatesissieia Ssliauemedutosndt 2 cm danudanduedlugag 10-20
crvs) Senuduiusidulumunnuduiug :
D=oar
o oL fio Aaedl
a3l Kelvin’s Formula [5] aueniaduaes capillary wave Siandulumunnudug
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Y R WIIFNRIURIVRLUAT (N/m)
p R AUNAULUUYDIVDUNE (kg/m’)
f Ao aufivesadu (MHz)

ANudIussEninsruaveseualuazeasiuauirfudanilelinignAunulag RW. Wood uag A. L. Loomis
Tud 1927 Fasiaulul 1962 Lang [6] lavinsnaaesiioasneanuduiussenincunveseunialuaressiuaiuiives
aaudadulumuaunisiadl
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loviieazensosasvanistudniiosinindumuimimesmesvan shlmAnmsnelouluuufuseniveynia
UuRmthvesveavan ievunauentdgeiidigme dwalienveseanariifivuinidnvaneenanimiinvesvesvadls
ﬁaﬁy’uﬁﬁé’aq’m‘uamﬁu%’qLﬂu{jﬁaﬁﬁwaai’wmuaﬂgmﬂﬁlwaqmaaﬂmnﬁuﬁa Tuvazfianuivesndudsaduladofidmasie
ATAMLIYDY barrier layer AMuMuIvRItudvwIAIn i und L U uay WEsLYEY atomized  droplet
(Barrier  layer LfJuU%me%a%uﬁmﬂwawmmemmaanmmmLﬁmﬂuWaﬂmmﬂlﬁ (ultrasonic  cavitation)
iesnnfussdamieiuluanaseuing
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JUN 1 drdudumeunisiiarlesomaainnisidedudanslednidinssunnivvesveanal [7]
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U7 2 Twanaddenduluanafigndafnlinuiuiagiusessusasldannsaniounls usdwiuluanailila
agAnfuNuRIgIuTessuasaiaziiousanlandmumisiy waraunsadowsen lulnalduindud

luanatuegludunisnvieeanainituilasndu (5]
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JUN 3 Anudvesunasiulinadudanileliniilnadsvuinves atomized droplet Uag AIMMLIYDY Barrier
layer Wiegnldunasininpdiuiiniuden aunaveaesenimlziivuinlnguayazvgaeanu1niue,
menduiganidisieuiunsaiildunasindanduniaiudgn [8]

ndusaniletindunduiidosordemnardumsiadeudl malndeuiivesaduinannsdulusvestuanaviooymes
yosiInantegseu 9 gaauna uiedrilsiluanavesvesmaiiieginduiovtnues Piezo  actuator  Fafuveauds
(liquid/substrate interface) 1y azgnBafnuaglianunsnndeuilld uiflsservasenlurnsessedandnn luanaves
yosvaazannIandeuiluiegseugaana dsfiszogiaainsesdenieaziiluanauninfiansnsa nanesnain
wssBawienszyindananaldl naves Barrier layer fson1sBamileivesluianaseninisessionansaguil 2

Atomized droplet amAntuldfrodioluanaveswesvaidosinduufivimeiivsemusisdamisveduana
souins Faflunvemanuinanunasiniandutazgndssesiunsluanafiegsoutns dfdsnuvesaauiinady e
mmﬁmam?iué’am%fﬂ%ﬁﬂﬁmqa%uﬁwaﬁﬂﬁmmmwaq Barrier layer ilfnanas Atornized droplet fiintuaziisiuan
NPy usazivadnuagndsnusnilunsdldedusansletnaruisng arudiiudsswinanuisvanifves
atomized droplet LLamﬁﬂgU‘ﬁ 3

2) Ultrasonic Spray Pyrolysis Apparatus
SEUUMSELATIRTIaLUIRemATa USP 3alsznause niuiidwesadusansladn (hich frequency ultrasonic
transducer) Bemsauegluthuazegiulinosminussgasazaneiediu (Precursor solution) dvxisliintein e
Wé“amwuaﬁﬂ‘ﬁ'ugﬂa'alﬂé“am'ﬁazmaimﬁsiwumwéfmaw‘?ﬁawL*f]uug'] aviliansazansdruniinaneduareswmiuesnain
Rantvesansazany (atomization of precursor solution) arei8IaITAZaIY (atomized precursor droplet) g
\ndeuiioanatnvanussgasiingviotmuaziadeuiirelussgiusesiu Tasddudunouresnadsuuiasdnuasaes
droplet LLamvﬁ”ﬂgU‘ﬁ 4



‘ Solvent . O [
@ evaporation e Decomposition @ Densification o .
—_—) —_—) . —_—)
. Precipitation . . ()
Precursor droplets Dry Particles Porous or Hollow particles Solid particles

JUN 4 dnwaizuad Atomized precursor droplets #dsInAAGaUNoRNUIINHIMTN YDA SAZANAIAY [1]

Constant nftial droplet size Decreasing initial droplet size

0060 g,
®eo o

droplet

O O @ o Precipitate

Increasing Tempero’fure’ Constant Temperature
(@ (b)
(a) HavesRMmMANiveIsEUUNTINT [9] Wag (b) NavedvwIn Atomized precursor droplet iSuu [10]
Niidensnesudivesiiduuugiusessu lneneuil atomized droplet wmnasggiusessu droplet i
S A & ) Y -
anngiuasuluvianun 4 Juneumeiudsgui 4

CaN
[
=)
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v
YR

widsandi precursor droplet gﬂﬁ%’ﬂa%u%Lﬂﬁauﬁaaﬂaﬂﬂﬁa%ﬁﬂmaﬂaﬂiasmmazﬁﬁﬂ vTURBUNAN 9 Fausnsiiody
precursor droplet WﬂmEJLfJuWéNUNﬁdﬁ

1)  n15a579 precursor droplet

2) MIszwYeRNURIAinazaiy (Evaporation of solvents)

3)  msunsvedluanavesignyiazany (Diffusion of solutes)

4 msvusiiuvedianavesingninazaty (Precipitation)
miamaawﬁﬂixﬂawaﬂmLaqaa'aul,ﬁu (Decomposition)

[N,

)
)
) Densification
)

7)  mMInnazanaluugIuTesiukasiinnszuIuNINIsHa R vesilduLung

dleianisnnazauves precursor droplet Uuﬁuﬁwaﬂgmim%’mmﬁm nucleation stage #olU [1] uAagslsAnu
n&91nil Precursor  droplets  indpufiingsruuthmuasnioutsanazavasiuinvesgiusessutu droplet w9
precursor 9193¢lailfaglugunes solid particles Vmun fiaiisstuogifuruinues precursor droplet i3udu uas gungs
vasszuunsth lneanuduiudssrinatadona 2 @ fu JULUUYDY precursor droplet ﬁazmﬂasaumuugmiaﬁu
LamaRaguT 5
Pindinarandradu wiuld stuudvdunmsdaaseiiiduisseneusediuddy 4 3 dw dedu fe
- unasdudaadudaniledn Sedindilunisdiieaiu Tnendseuaduassinla
aseranesasudailinanavesiynoonlefiuosiusznovegienatsaninduarons
ﬁaaumﬂmmmﬁﬂ FaZunavessuuadniiin Atomized precursor droplet
- syuunsthwa Atomized precursor  droplet  wieliinnnsiinn droplet LU
g1u5095 ludhumesnnind luunsszuuliinsiedauamaldanuoulifudiu
st diedumssemessiuszneuitldldesduszneu (decomposition) vediidy
uonly foudl atomized droplet azifnnsosuFna e duiiduursuugusesiy
- g1uses¥u (Substrate) Feazgninaclilu Pyrolysis reactor n&andl droplet fign
decomposition  wdazAnazaNasuugILTesiuLiaitngnszuunISIATidNsolY
wilunsdifiszuulalldvhmstndageliausoulifidunsimndu giusesuasgnli
auSeuamiaiiewdunns decomposition droplet ﬁmaaﬂejgmiaﬁu



3) Kinetic of ultrasonic spray pyrolysis process

usp lumadafiniefidelsindumeiailivndnnsvesnsmnazaslodand (Chemical Vapor Deposition, CVD)
usi msmmuﬂmuuaﬂuamu zypavian llldufa UPS Sudumailaiinaunanundnnisvesis wadla Spray pyrolysis fu
wialla CVD Wlimeiy Imwaamﬂwmsavmammuanm‘l,mﬂuavaammnmaaﬂmmaﬂauaamﬂﬁnuﬂLLamemamww
12" Precursor droplets mﬂawuwum%adﬁmiadiu wfidumeuiidmiusieiu 2 duneu Ae Nucleation stage and
Growth stage MasunouinasoauTRveiduu suumawuaqmﬁﬂamrdu‘wlaummmaaﬂl%muuwumsmﬁm%mu
Tnendaanisdnszuiunmsiiintuldvatsnszuiunms wu n1saauuiu (condensation) n139Adu (adsorption) N3G
99 (desorption)  nsunslumuituiaveunsidgliiui suiliAanistoediotuvesiyneenled was Tandiodu
wandginFrunaeduiiduuisiely nszurunmamanilfuilsiduidudeutugumgivesiiuia Tassadauas
eAUsTNEUTesiURY SauTadnsIN1sThn precursor droplets %ﬂﬁﬁ’l%uﬁ]@jﬁuﬁmﬂmﬂﬁﬁL‘i’Jj’lLLazaﬁ)ﬂSUENLLﬁﬁﬁW‘WW ol
NaNN1SLULAEIAY Chemical vapor deposition (CVD) process LLamﬁqgﬂ‘ﬁ' 6 MNNALANTFUATIEITALUAIY
wiAfla USP 411av89 nuclel dusgiuilade 2 egrssefufio wuinues atomized droplet way gaumgivesgusessy
Awdusiananuanadidluguil 5

MnramFdedufiseniuiuinluin msmuaunszuumaAniiediedudaduanuzsusunouiasiaunsde luidu
WAnuarlduusesiyneenlsdlufiaaty fauduiuslasnsaelassasandnnyitus (polycrystalline film) 4u1AT8S
13U (grain size) mapnauMsIATnsssysuuly seaulilasuazseavuunlasluidondy Sellnalaonseteaudinisiludh
wavauTRBauas Tauds Tadeeduardnvasiuivesdiduuis

nFinduganszuiunsiiadiedu 1niu nuclei azdan 9 In1zndy uay Tudaty aAadunguieulvauau
nnedundn ndnazvesrunalvgTusuinnsuiutundnseudndaindu erain boundaries way venesseluauin
Duitduseidesfuiodien anumnuivlunisiniandiodu sz usimuanumuIaaying vunaRAsveINE n A
ahiave nsBadnuugiuses anuduswsuresian uas anuSeuvesiian Tasvhluud mnuvuiwiuvesiindiodugs
agyhlivuavesdnivunadnlusyauwilu [11] muduiusseninsanumuduresindietuiuruinvediandnuans
é’faguﬁ 7

@ Atom

Precursor transport R Ligand

Byproduct transport

R
Atomized droplet
R\ ’R reactions R v
@) e, V- e
R
A A Y
R Adsorption R S
X
Adsorption 7?08
Decomposition P Q
R ’ R reactions R Nucleation
‘R r-@ak—» ¥ - @ — %

Heated substrate

JUT 6 Tumaunslasusiadu nuclei [12]



Grain size

«+——— Seeds

€) | Substrate

Continuous
renucleation

(b) | Substrate |

JUN 7 emnamuuduvesmaiinthrdietu (a) mnumunuduiles (b) Anumuuvugs (13]

lusyivegnauvseluananszuIuNsinnsiAdetuay Lﬁm%mﬁ’uﬂﬁﬂgﬂﬁfﬁmiﬂﬁ
- ewwouvisluanaamadouiiinsuiiuinvesgusesuasiAinnisgeduuuiiuii
- ewnouvieluanafignaaduoiavaneenainitui maa’mLﬂmmsLLwﬂﬂmmwum
‘Vﬁ‘dLL‘IN?L“ZJWVLUSLULUE]“ZJM%’INTPN vieoainnssudmaadifuezmeuduuuiiuia
- dlenanihuluarimuiuiuresezmeuvieluianaiignaaduuuiiufinasanniu way
Wnnssauiiuvesezaeuseudns iadunguezmeu (cluster)
- nquesmeuvionguvetluanaeialadunieidnasiutuiadssnmdunesly
lawiind Snsmagadunnaniugie way Msunsniuiaseutig
- iflevuinvesnguesnondiadeuuiningd (critical size) aziinaniiziafondaunes
Wlaundind uay mmamawé’fwialﬂlﬁﬁaaLﬁaﬁawaﬂmjmm%m%m
Maﬂmﬂauam nucleation stage %Liwma Growth process Fafuduneuvosnsrlasusa nuclel Ihinduduvediduuns
u smslusumwwgiumLUusuusuaJWammw aW1501An nucleation stage @M1 13871 renucleation process mﬁﬂw 7
ImagﬂLL‘U“UGUmmiv\IaimmmuLUu%uWamw 38138091 Growth mode agilagmeiiu 3 lnua Ae

®  Frank — van der Merwe : Smooth layer-by-layer growth
®  Volmer — Weber : Island growth

®  Stranski — Krastonov : Layer plus island growth

TnuavesnsUgnildy via 3 Inunuansiagudl 8 Tasnsrlesuimesiiduareglulvmisladuiuegiu wettability vosluanai
ILLARDUAIVUFIUTBITY 9 wettability fRauduiuslnensaiu surface energy ﬁumgmiaﬁuﬁé’mﬁwéﬁ’u surface
tension vadluang TnefiduiiRnnsnlasuslulvun Frank-van-der-Merwe (“layer-by-layer) Tgfifu F1U5095ULAR
Tnsswdnflauysaluuy wae Mduilsshnsugniasaeinisintesuesesneutuiifugiusesiu duasrosudmiuly
flaztuveszivesnon Imaﬁlzé]’aqLﬁmmmamaﬁxmwﬂismumﬁiLﬁaﬁmﬁ’uﬂﬁﬁ%mmaﬂmaqaﬁgﬂ@ﬂ%’wuﬁuﬁﬁw
a9 (adsorbate-adsorbate interaction) AU Uﬁﬁ%m%wﬂﬂﬂuLaqaﬁgﬂﬂm%’uﬁuﬁuﬁi (adsorbate-surface interaction)
Fsmsnlesusvesiiduselvun Frank-van-der-Merwe fiodiunsdlgauni daulyun Stranski - Krastonov LHunswesu
frvesilduunaiiiatuldiile adsorbate-surface interaction fifu1nNT1 adsorbate-adsorbate interaction ZeaziAnTufA
seudle surface energy ma&ﬁuﬁaﬁmqawa waz e Volmer-Weber mode awiinduléiile adsorbate-adsorbate
interaction iANLNANIN adsorbate-surface interaction n1snlasusvesiidiludnvariiintuidetan surface tension
sewhaluanafivrgngaduiidnunnuay surface energy vasiiufindialsigannin
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Frank-van der Merwe Stranski-Krastanov Volmer-Weber

JUN 8 guuuuvesmaiaflduuugusesiullegineiu 3 lvua: (a) Frank-van-der-Merwe mode, (b)

Stranski-Krastanow mode LLag (c) Volmer-Weber mode [14]

dwumsugnilduunslaneesnledmewmaia USP i Growth mode avaglulvun Volmer - Weber d1dudunau
N13A3UA nucleation stage AT Growth stage uanaRaguy 9

(@) (b) © (d) (e)

Uil 9 Fumeunisrlesuiesiiduutduliun Volmer-Weber growth mode Tngiduanlananaiiugngadu
vuiiufuaziin nucleation state Steps (a) #ioan nucleation wiiag nucleation Buwpdeufidmiiy
(impingement) (b) &rnduidusInaiu (coalescence) (o) uax Tuflgamosuduiiduunsdsenad
g‘lJLL‘U‘UL‘fJu columnar thickening (d) %38 polycrystalline thickening (e) [15]

2.3 Wan1IAHUIUIY

nsfiueuidelulasens “msduasgiiduunsiyneenlediiflasudnseduuludemaia Ultrasonic Spray
Pyrolysis (USP) iflevUszgndlfifutalatihdwiusifiuuszabesn” Iduvseanidu 2 a9 daedu Ao dasusnidunis
FuuNseaNLULATA 9T UUNIFLATIEATIEN Loy Psiiaesfunsdidunsdunmgiflduunsiessuuilévh
nsadstundomiiuiussruudieannsoduasg il flauiRldnudomnis

2.3.1 mMInausEUUNsduaTIRiiauueiunasnlyfaae USP

ssuumsdnaTiiidudae USP  fildihnisadetudseneutudie undsiudandudaniledn (Ultrasonic
transducer) vhwiad1sazoomuenvetdsazatesady (Atomization of Precursor solution) vlewieszuULIN
Precursor droplets Tinnasggusesiu Tunsszuuldvhnisiadauameliauseulifudmesietnni ievins
sumgosdUszneuilildesdusznevvesildnusesnly neufssiiansrlesusnareduilduuisuugiusesiu  Pyrolysis
duninaiinsinsegusesiu dusussuuillildhiedmaaelianuioulivsnudmesiotmiu fazvnis
Andaunmaliauioulitfugusesiundonfussuumuaugumgivesyusessu SdunmAdeilldidonldismst lessuy
nsdansginduusdliihmaituluniteifillasaiadulunmuddlnesunsugud 10



Gas outlet

Solution Reservoir

Glass tube transporting /

Glass pyrolysis

chamber
\ Aerosol
-
Substrate Pressurized nitrogen Mi
R ist
gas inlet
Heater
L, :
/I ] i
Ceramic insulator Volumatic flow control Precursor solution

Glass solution container | | : Coupling water
Glass Water container ——» Ultrasonic transducer
Ut 10 lnorunsumesssuumsduasieifiduns Sno, fewafia USP flassinisaineiu

uwasiudnndudanilednainud 1.7 MHz 3wgn313L3le Precursor solution container wavnsanbiluthitseu
maEn 4 - 5 mm MnMdNNsEsaresmendenauSadleinfissiunuEniesiansdsihundinuuesnauedned
UsyAvsamgagn widsiuneduifinihiluntsiliasasanedaiu (Precursor solution) Utsdunatsanmiduazens
sen (Precursor solution droplet) asazaessruazgnussqlilu Precursor solution container &sr1sogwiiofani &
dnwauztBurnui fudrssiuanswes Solution container azgidensialinfiu Solution Reservoir $hevieufis &
19 6 mm Unn9eenvas Solution Reservoir #1870 ansazanglu Reservoir avgnialiiluaidnluly Solution
container titesnwszivvesasavaneliidnldmniszsunis wensniimeduuues Solution container Safldosms
\ufalulnsiou anmuIqns 99.99% Fsazgndaitunatelu Solution  container  wazgnAuAuSATINITIVade
Volumatic flow control ufalulasiaui iuhduufmimilngaziimazosamenuesansasansiwiuliindouiiing
V9t

viewmnuiavhunanviewifidnvasduvieldaguis U Ima"dmaﬁwwﬁwmviaﬁwwwﬁwgﬂﬁiaL%auLsﬁﬁuﬁmwmaa
Solution container UagBniuvasiatMAzgNsBLtUAIUTI9Ye Pyrolysis chamber 1ag Precursor solution
droplet %Qﬂé’uﬁasJLLﬁ”aﬁwwﬂﬁmﬁauﬁL?ngivimiwwmasLﬁaLﬂ?‘iauﬁwﬁwé Pyrolysis chamber aganagauuLazindauaiuu
§1U3833U Pyrolysis chamber vhuna1nuiy Tdnwazidulauaseudaieila Yareilawea Pyrolysis chamber i 2210

¥
=

Yowrieenveufiauaznandnvosiisonaifiintuaeluszuy grusesfundeudsunanlianufouszgniaily
el Pyrolysis chamber pamgfinesgiusosiuazgnaruaudae PID control gauamalvinuieugnindadniuauau
win Funuuavdinusznoausis 9 ﬁﬂisﬂauﬁ’wﬁmﬂuszwmiﬁ’qLﬂsflzﬁ?\la‘mmqw%auﬁgﬁ%‘ﬂfﬁé’u%%udmmq6‘] 11
FefuldgnesnuuuianTeunuuiu Tdnvasdudigud 11

Exhaust Transport Tube

N, Gas Inlet (Carrier Gas)

Pyrolysis Reactor

Substrate \

Water Reservoir

Heater with PID Control
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sruuiilévihnsadsdumunuudegui 11 Sdnvasduiinmdiofisui 12 - 14 undsduiinndudanslelinnlilu
sraufuwalvgifithey mauiiBeussy SnClusH,0 fignihasanedeiesiuen aggndliduuuveuvastuinaiu
ansazans SnCl,5H,0 gyl precursor droplets ldondusanilalinfigndsludsansazans Wuma capillary
wave dnanitlugteuds ndandu precursor droplets %mﬁauﬁlﬂé’@msaqé’qamiﬁflwwmLLﬁ”aﬁﬂmumwia
thin uay AnasuugIuses ersnisinavesufaihmiazgnaiuauieimuausasinisivaveserna uwiaildduufa
tmiudusialulasiauanuuians 99.99% grusesiutuazgnlia wiouieunanauiounazgnauaugumnd

fe PID control  TiflAnmsfiAnilsuazanunsausuiuasuls lnsaunsanivauldnug 25°C 89 1000°C  Tuwaued
precursor droplets WaaUTINIUTIBTNITY o5 UBAILIEMEBBNIN precursor droplets TUusdu tosaniduansill
ANURulegs NRRINUNIUNIAYDIAYNONLBATLANAIUNNURITD

JUN 12 AMae3vUUNISHUATIEaL U SnO, mewaila UPS fldvinisasisumuuwuulugui 11 wieudme
NABIAIUANNNTYINLYBNIRANAARINFALAE PID control

JUN 13 2 Ma8syuUNISHUATIEiauuI SnO, Memalia UPS (a) yuuedsnumii (b) dsusesiuuy

10



JUN 14 A MENgsEuUNSEUATIETaNUI SnO, Memalla UPS augiuvasilinndudanilelinidainli
\Ain atomization of precursor solution (a) AMMIABTINVBITEUU (b) atomization of precursor
solution NM&ARTUlY Solution container (c) Pyrolysis chamber wag Glass substrate

2.3.2 Growth mechanism

dusunszuaunInIsiaNanu1e SnO, Y aerosol spray pyrolysis technique \Aadulddostidiulsyneu 4 il
fefufie Precursor droplet il Sn Usznauagme, unasiiila oxygen, Wiadm uay §1usesiu Tasdunevlunisiia
wsenesufmnataduilduuns Sno, ngﬂusaﬁmﬂﬂﬂmmﬁdgﬂﬁ 15 Feaiiduneuiiiiviestunszurunsnsiindy
Aanusloun
. Bulk transport towards the surface
. (Possible) gas phase reactions
. Mass transport towards the surface
. Adsorption at the surface
. Diffusion of adsorbents at the surface
. Reaction at the surface
. Oxide formation

. Desorption of gaseous reaction products

O 00 N O U1 AW N -

. Bulk transport from the surface

(1) Bulk transport

v

(9) Bulk transport

>

L]

X e

R, . 9
(2) (Possible) gas » o AL
phase reactions e
o—-9-0

(3) Mass transport
(4) Adsorption (8) Desorption of

, (5+6+7) Diffusion / reaction / by-products
oxide formation

Sn0,

substrate

v
o

JUT 15 duppunisiiaildaiung SnO2 vugiusessu [16]
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43U Aerosol spray pyrolysis M&NU1 SN0, Minann1seSeudBa1ssaiiu Stannic chloride pentahydrate
(SnCl,.5H,0) azduluauaunisniawadl [17] aail

snCl, 4+ H,0 — SnO, + 4HCl

uspgnglsAmudinswIeniidy SnO, wain formation of SN0, phase Rl AxfnavinlilduusliauTRnglidh
Juawiu anuhliiives Sno, thin film infwilesainnisgadedadiuniaad vse 1in nonstoichiometric tufie
AgADALAn SNO phase Me Fadsuavinliin oxygen vacancy Tusie Ing chemical reaction Miin SNO Phase 1usail

1 1 1
25nCl, 4+ 4H,0 —> SnO, +SnO + THCL+~ 0, + —Cl, + —H, +e

2 2 2
Ly

25nCl, + 4H,0 —> SnO, + SnO + 8HCL + 2e

[

1ne defect reaction 7 formation of oxygen vacancy @sanansaiinduls Wuluauaunisniaaiisi

Sn 420 —> Sn + 2V + de'HCL + O, (g)

v
v o

Ay NaRTERTiduU SnO2 wenanved SnO2 phase wd Fduunedsasdl Sno,  (vs) e, induluilefldudae e x

A o/ 1

Ao g va L. = . . ! A a4 o  w
fio daduviliiin nonstoichiometry Vi AB doubly ionized oxygen vacancy wag e, A9 BLEANATBUFINIU charge

neutrality

2.3.3 HAN1INAFAUNTNINUYRITZUUNITALATIZNANUISAYNDanlYddag USP

iioiflunsnageussuuildinisadrsasiamniuludeduldinsdunseifidauis sno, Tu dredeulvves
W15 fmes (Process Parameters) Wanasan15199i 1 Ingilduunsazgnindeuasuy Pyrex glass substrate noutiluldanu
giusesiuliazgnanuazeindisayvad (Soap clean) wiwhnsdeendetindu uay nudonisivelusiedansi
Tafindgae DI Water Wunan 15 il ndmiildwdrsielugrsdaniladinge Acetone, Methanol uaz DI Water funeu
az 15 Wil uadadhliuienglulasiau

Stannic chloride pentahydrate (SnCl,.5H,0, Sigma-aldrich, 99.8%) ’«JzQﬂﬁmﬂﬂlﬂumiﬁ%ﬂﬁuﬁm%L‘flu
Wiasiila Sn 1 FaznnazanesisiesusanALTy 5 AdnefuAe 0.05, 0.10, 0.15, 0.20 way 0.30 M a1savany

Y
v

ansazane SnCle.5H,0 Taggninluniuiie magnetic stirer Mgl 60 °C auduansazanedla udrPeinisda HCL
AMULTU 0.2 M 91uau 4 ml naumesie magnetic stirrer 8nluan 10 Wil Jsanunsathluldouls arsazane
SnCle.5H,0 wiaudae HCL avgnifinaslu Precursor Solution Container wazgniibiluazessen fmeadudaniiluiln

leflaggnihlunnasuugiusesiumeufialulasiauiiidnsnisivaveuia 005 L/min  luvaeivihnisdaaseildy
gusessutugnliaufeuiiaamall 300 °C grusessunildnuiliduuiuwiiniend naiildlunisugnilay (deposition
(3

time) 3 h #daINNIEUUNTELATIEITALESIEY Ndudseguugiusesiurzgmitlioudefionmgll 500 °C fednsnis

Winduvesgamgil 1 °C/min wagialin 500 °C Wuan 30 Wil ndwntuiiduzgniiluleseiiemeiaia o dail

A15799 1 Waulan1siwesveInseuIunIs

Precursor solution concentration 0.05, 0.10, 0.15, 0.20 wag 0.30 M
Substrate Pyrex

Carrier gas flow rate 0.05 L/min
Substrate temperature 300 °c
Deposition time 3 h
Annealing temperature 500 °c
Annealing time 30 min
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- X-ray diffraction XRD : a PHILIPS X'Pert-MPD diffractometer using the Cu-Kq, radiation (1.5406 A)

- Raman Spectroscopy : a NT-MDT NTEGRA spectra Raman system with He-Ne laser excitation
wavelength of 632.8 nm

- FE-SEM with EDX : a Hitachi S-4700 FE-SEM

- UV-Vis Transmission spectroscopy : a system setup that consists of an OcenOptics DH2000-BAL
deuterium tungsten halogen light source and an OcenOptic USB4000 Fiber Optic spectrometer

- Four-point probe : a Signatone SP4-50045TRS four point probe head at room temperature

- van der Pauw and Hall effect measurement under a magnetic field of 5000 gauss

2.3.2.1 NAN150180INNUAIA I8 FE-SEM
Tudesufimsideladurhnsfinwanududures SnCl, precursor Faudu process parameters il il
rasoantRnduualusgsunn Iae topography uae cross-section view vasilaudilaninnisananin FESEM lusagud

15 Anumvesilduiasulunuanuiduduuansdsnsimgui 16

o

Ay

35U 16 awene FE-SEM  vesilduunsiildainnsdunsienilagld ultrasonic generator fiuszdvzainlunis
Auiiaaduliaiauenazidenagnesinsi 9 molarity ves SnCl, NAANS 9

500 . . .
400 - . -
E
S
5 300f -
(5]
[
X
©
= 200 -
100 b -
1 1 1
0.0 0.1 0.2 0.3

Concentration (M)
JUN 17 Anumunvesiiduung Sno, NiAnAnadiduresansazaiefasiu SnCl,.5H,0
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Cnts

600 —

5
JUN 18 EDX spectra ¥#a1U"4 SO,

M15NN 2 BIAUTENBUTIWVRIAAUU SnO, AFNAIITNTY SNCly.5H,0 ARng 9

SnCl,.5H,0 Concentration at%
(M] Sn o}
0.05 44.50 46.92
0.10 41.77 49.86
0.15 50.47 46.55
0.20 49.80 45.84
0.30 45.80 45.60

2.3.2.2 HaN15UATIZNBAYSENOUS A emALlA EDX
NMTIATEiesRUsznausIasamaila EDX wud1 8 Sn, O waz Si 1upsAUsznauvesiiauuns é’ﬂgﬂﬁ 18 1ag
Si (AnanesdUsEnevYesgusesiudaduni uaz Wethanm atd% wui dnsidamuszrine sn fu O ndidesiu 1 : 1
Fauandlunsned 2 Sauandidiuiiidaunsillfoinasil sno phase aguzdude vie oraintuilesannelufiduio
Point defect WUu Oxygen vacancy ¥l Sasiarumaniiudenuly (Nonstoichiometric) usiagnslsfinunisiasievisae
EDX avamnszusuenldifissusinansiegissznaumesinniossdusznaulatie udliannsatsuenliin swiusing
oeiuiivusiadifuogils

2.3.2.3 AaNISIATISHAUTANEUA 28 XRD

INNANTIATIEN Phase uaw szunulaswan (crystalline planes) vesiiduunsdildvinisdaunszitu nuin XRD
patterns \iin peak 3y 20 Fisuanie 26.5°, 33.8°, 37.1° and 51.7° Fadeandesfiuszurundn (110), (101), (200) waz
(211) Fadusunmisszuundnuesiiduuns SnO, 7TlAsMANLUY tetragonal rutile (§7983m13 JCPDS Card No. 041-
1445) XRD patterns vosflasunsiinuidudues Precursor solution Aif1dng 4 uay vesg1UToIFY Wansdsguil 19 91
sUIULAI1 XRD patterns liuanssumisfinvediane Sn uaz SnO phase uiogslsinny FWHM vasfinusiasfindeuda
1114 (broaden) ‘?iﬂLLﬁﬁN’j’l‘lJu’mﬁUENLﬁjiﬂNﬁﬂﬂ"@‘u%’mLﬁﬂﬁ]uaﬁlg{’j’lﬂémU’Nﬁlﬁﬁ’]ﬂ’]ﬁﬂ@ﬂ‘ﬁuﬁﬁ?mLﬂu Nanocrystalline
structure
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\
A\ S 0.20 M
N Win., ) W \

o e W Ay M \
et ‘/J\/-» v VM ., v W VY W J%MA’W/V\”V/V
N W ey \ M

v Do, /N, 015M
v AW
" WA an Wit A N W”N‘mm A, A

0.10 M

MV”\m M
R PVVANY ’mev\/\,u, M /“’ W

Pyrex substrate

005l\/l

20 30 40 50 60
20 (degree)
gﬂ‘ﬁ 19 XRD patterns ¥89§1UIRI5ULAI pyrex Wag WaNU SN0, fwseuananuduturesansavans
SnCl,.5H,0 A6 9 A : 0.05 M, 0.10 M, 0.15 M, 0.20 M taz 0.30 M.

2.3.2.4 uan15iasiziauianaung Raman Spectroscopy
Raman spectroscopy iJumaiiafianuisavsuentdinfiduiildvhnsduaseiduiidauisves sno, wiedl Atomic-
bonding Tudnuaela dwsuilduusiiiliassairadu Sno, wuu rutile phase avfoufin Active Raman modes B A
uaz By PRI ~071, ~633 WAy ~773 cm - AUEEU wan1sIn atomic-bonding YosilduUTl g LATIZLEnS

MaguT 20 91ngULiuledn Raman  spectra wasilduUNsUARIMAUNT1N (broad  band) dﬁﬁﬂﬂaN‘UﬁNLLO'UEJ‘EJVW]’]LL%UQ

. -1 ppp P A o ' -1 a
Raman shift ~313, ~473, ~574 uay ~775 cm LAy UIWSIWALAYINAILAUY 633 cm Lﬂmsuuammaumwmwu ﬁm

wansliiiuiauuandansiziladuiduunsves Sno, waziilasaadiaiuy rutile

\,
A
1 gV
p e M
A

) Y ‘y
m - Mol M

" 0.15M

/ww

Xy

Vi Ay M A . AN iy M,
W A W~w.«,m»w\‘//\,'.,“’, A eyt

200 400 600 800

Raman shift (cm™)
JUA 20 Raman spectra ¥9431UT045ULAD pyrex Uag WauUN SnO, MwssuanaNuiduduresasavaty
SnCly.5H,0 @619 9 1 : 0.05 M, 0.10 M, 0.15 M, 0.20 M liag 0.30 M
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JUN 21 navesnduiuresansazaiy SnC,.5H,0 Milsea1uidy Raman Alg mode Wag Raman S1 band

Concentration (M)

300 i T T T ]
—@— S1 band
S —- A1 mode
&S 200 + i
=
2
2
=
S 100} -
IS
[
o
ot i
0.0 0.1 0.2 0.3

YoN9 i Raman spectra Sauansliliiui AU EsHafy SnCl,5H,0 nasonIugavesiin Raman Alg
mode (~633 cm’) uag Raman band (S1) MfumysAauau 575 cm” fauanafansivlguil 21 Tnsaugavesiinisummis
¥93 Raman  Alg mode finnuduiudlasnssfurmavesiandn (Crystallite size) d@rmumnugeRanatsuay S1 3
AMUEUTERY in-plane oxysen vacancy (V.) 9annsiiulédn dlavhnsdaaseiiiduunsdneanssaduiidanundadu
0.10 M 3zdswayilvi Raman Alg mode HAatxgEn Sumneanud Aduuvafinnududu 0.10 M i carystallite size
yueiluafiign Fsuanisiisesinsaiunadiléain XRD patterns lugud 19 yenInimsduasiiduueisnududy
0.10 M SudunasiliiAn oxysen vacancy tesniinsdidu q dumneanudn Aduuisiildatn 010 M e199xdl
mmamWifﬂ,uﬂ151}111/\1%ﬂ'ausﬁwG?'m'%aﬁamwéﬁumumaiw%ﬁau%ﬂaqu:ﬁ'am%uLﬁwﬁuﬂémmaﬁm%‘amﬁwﬂizﬁﬁ'u 9

wagldunduasgimernududuresaisazats 0.30 M azflanmenumunisinintesge

2.3.2.5 uan13iasizviauianaun1g UV-Vis transmission spectroscopy
M5 InaNURNILaIesiaNU1IAI8 UV-Vis Transmission spectroscopy wu1 fduunsiiilesiduinisdessinu

waeUseanas 80% luriauasndnue1iadiy 400-900 nm AI3UN 22 Uay 31NNISIATIEN Transmission spectrum Wu31
Energy gap ¥asWlauundidnegsening 4.09 - 4.14 eV fe3un 23 Tpganuduiusseninanududurasasazaieiu

Energy gap LLamﬁﬂgﬂﬁl 24

100- Pyrex substrate
e g T e
Dm0 T =
<75
c
S
&
g 50 0.05M
3 —-=010M
= ----015M
- =020M
25 ---030M
300 400 500 600 700 800

Wavelength (nm)

gﬂﬁ 22 Transmission spectra @3MdU SN0, learududuvesansazany SnCl,.5H,0 Sandu 0.05,
0.10, 0.15, 0.20 kaz 0.30 M
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gﬂﬁ 23 Namaqm{(,%"ﬁa;gaﬁlﬁmﬂ Transmission spectra W51 Enerey gap vesfiduuns SnO, i
Waduvesansazany SnCly.5H,0 fadu 0.05, 0.10, 0.15, 0.20 kay 0.30 M
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JUN 24 wavesanududuvesansarats SnCle5H,0  Ndlsie Energy gap  wag AMUMUNIvRIlaNAIlaaIN
ANARYING FE-SEM
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N
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0 1 1
0.0 0.1 0.2 0.3
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2.3.2.6 aan15iasizviauianaung Collinear four-point probe

dusumstaauifnelninvesilause four-point probe technique WU AN INANAUNIUNISINT v ITAL
UeHiAUFINUS T UAIANMINTUIBIESAYaNY SNCl,.5H,0 é’qrmw;m?'i 25 Tngannnisveasanuingiennududures
ansanedandu 0.05 waz 0.10 M awhlkiAuvimanmanudumulndifissiuiion 3.0 Q-cm wasilofiua
duduvesansavanedu 0.30 M anmenudumundliivesiiduuisesdaananie 0.5 Q-cm JemansTaaudina
TWihadenadesiunanisiimsziauduves Raman S1 band fudsunasiufuanadudu

PnwansTransivesfiduuadiemaiacig 4 detmaves XRD wideuleaiunanisindiléain four-point probe
wuh Ssfiardaudtuey dilldosnnideifiueududuauds 030 M wuhfiduusiinnudundntosasidondld
Snifendiain Wa‘uwﬁﬂgﬂﬁwmmvﬁwﬁuﬁ grain  boundary 11nN31MNN3dl %4 grain  boundary  azaNaYITAN M
Aununalniiideags wiiilevnisinsaewmaiia four-point probe ndunudn fiduursiirududu 0.30 M fienann
funililiiosan Jeamafananagldndniely

vdwndldvinsdaeseiilduunesedevluieatugiiu 4 ad Tnevhnsiesiziiaws optical properties uaz
electrical properties Fald UV-Vis transmission spectroscopy Wag four-point probe Fadumadaiiialdnnely
veafuAnis n optical thin-film thickness Wag electrical resistivity fianfidoudng Sanudnin wualifuves
nuduugsEwing optical thinfilm thickness ua Resistivity fuanududuvesasaraesaduiuasuuvasiy vie
namEnteniiei lenansarhnsmeassdls

MnmsheeEdymdangn madnthasiatuiesainmaiiaevessnsnisadrmuen wie atomized
precursor  droplet  assirniandusandleinlusdazadedilimilonty Uinaviennunuiuiuwesaen wie
atomized precursor droplet fienitldmafiunntnstostis Famnidntuilesnnussansnmnmsvhauresisiiaadu
Sandlain waruenanildmudnit Snansinadiveaudatng ey Sammslvasendsliaugaiu e Snsniside
muentutiosnindnainisgade Fedioshnsuivgszuuiiielisnsmsinadvosfaaunaiusniinisgasen
desandniiaesiifianuduiuslnensstudannisifafiduuns Ssannisdrualaslddoyasin Transmission
spectroscopy Vilnsuanuvnveasiiauuisiia1aglugis 200 - 400 nm Tneilduildananududuvesansazate
0.2 M frgegn Ssannailldlunisugn 3 $alus saiedsliannsanuauansivesiiduldognensdt wu aumun @
TaannsAtuie)

dmsumsuidaymludedud Avin3delanudn drunilwaslgmidatuiosanunasindandusaniledn Ine
UssanBamnistudanduresundsiniinanasesesuds Seldvinaisuundsduinlml suiaiouasindagn
AuauarISliiusTUUgauia vdanduldiinismeassdduangiiiduuisiisdeuludeatuinty 3 ads nud
annsamUANANNMIYHdNU Taefiaianulsiusiuen 20 nm  Fawanisnaassdansiiiduusiinnsiasuh
fidiardusaniiladnuaransnsmsgresnvesufadusluidedaly

2.3.4 WaN1IVAFIUNSINIUYRLTTUURLATIEERANUISAYnaanlandae USP Aildvinnnsuiuusessuy -
HavasRMUduduaITaTATERIAY
Feulrlunsnmeasanisdaasgiilduuananiianisned 3 SefduuagnindeusguugIusedsu Quartz WieTesly

aaumninlTlunsauunnI1 500 °C

9 Y

m3199 3 Jeulvlumsduasizdiauuimaniniinisuiuusssuy

Precursor solution concentration 0.05, 0.10, 0.20 taz 0.30 M
Substrate Quartz
Carrier gas flow rate 0.05 L/min
Substrate temperature 300 e
Deposition time 3 h
Annealing temperature 500 e
Annealing time 30 min
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2.3.3.1 RANTSE1EAMNNUAINIE FE-SEM
Surface morphology L% cross — section view vosflduuenlansduATE A dua s InAdinsiuaey ultrasonic

generator WuiunarBviolnsl uansiaguil 26 uay devinisvasestidemuidlerhnsmaaesdaeseifidniinnudutu
489 SnCl, T 0.20 M IdAAumuniiduue?t 304 £ 25 nm saiaidudanuasianesnntuseadiulddn

ilonnudiuduues SnClLL5H,0 Slaudinduain 0.05 M 1@y 020 M aramuvesdlduuisiidanas uslowfiuay
Wadudmdu 0.30 M auvuvesiiduunanduiliiiutugn seitenaintuiiosnnsedu impurity uay defect Mindulu
ilefidy Weszsunududures SnCl.5H,0 difu szduaduvinldifn formation of SO phase Wwithilesanusinm
available oxygen fogun dlemnudiudiu snCl,5H,0 Wisdu sn” zfivimaannduiieiioutfu oxyeen duaduviily
\im formation of SnO, phase formation 1A wae formation of SnO phase Uaeas 1f10991n available oxygen i
anunsaindu SnO phase oradly usdh aauidudu SnCl.5H,0 SlAnfintudn avdwmavili Precursor droplet fins
avggIusesiuliannin decomposition Iifavun emdnudeUiinanudounngiusesiuliifismenoyiunmes
droplet ﬁmm@gmsm%’uﬁﬁ Sn flesdusznou navildin impurity 3103y 81 impurity anaafinaste nucleation
density a¥ growth rate
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2.3.3.2 Nan151tA512%lATINEN 38 XRD
XRD patterns PeilduURlavn s AT TR LI uYDsaSazaNERa 0.05, 0.10, 0.20 LAY 0.30 M LARIKT
gﬂﬁ 27 903U wandliiiuiiduu1e Sno, lsilAsawdnuuu tetragonal rutile JCPDS card file no. 41-1445) Tped
STUNULAULART (110) plane wazdiUszNOUMEBIZUIUAN 9 ﬁqﬁ(lol), (200), (211), (220), (310) L@z (301) 310 XRD

o

patterns  Ineflduunsiiwioudieanududu 020 M fanulundn (crystallinity)  gegn Swansliniiudnit nns

q
P ¥
a

WaguwUasauudues SnCl,.5H,0 Lifinanslassasrsuadlasswanuaing composition Anatuluiiloauuie fei
a1l U19RULAIIN e ANUNTUYeY SNCl.5H,0 limnsaunstoularionisiimesildwssuilauuisavdsinla
\Ae impurity waz defect Fuluiiloauune ¥ impurity wag defect dsnanadinayinlid crystallite size dauuinanas

2.3.3.3 NAN15NATIZHANUANIUEIA 28 UV-Vis Transmission Spectroscopy
Transmission spectra VasH&U SN0, AicAuuduYes SNCl.5H,0 0.05, 0.10, 0.20 ¥AZ0.30 M LLamﬁ’ngﬂﬁ
28 9ngUkiulenn duunadiesiduinmsdosriiuinnnd 80% wasilowSeuifisuiuiiduunsdildannswiouiuszuud
galaildvhnisusuuseiu asnudt Iduunsitldndaandldiinisusuuessuuninadosfiduuiedl Percentage  of
transmission qﬁu
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n(x)

1 " 1 " 1 "
400 600 800 1000
Wavelength (nm)
JU71 30 Wan13AuIn Refractive index

210 Transmission spectra data i annsai Ul msesiitemuaamen Optical energy bandgap (Eg), optical
thin film thickness waw refractive index vasaULH Svannisdunm wuh Eg vesiiduuneiammmnegludag 4.13-4.15
eV faguil 20 ArduiivinumBauasiiineglugis 1.85-2.03 Tutisanueniadu 400-1000 nm Fauansdisgui 30 Fannsi
Huvradlenduiitosnin 2.0 duwansit Hduuis sno, liléTiies Sno, Phase ussddsznavvenileiduiioasios us
9199281 SnO phase wa impurity 3u¢ Urduageie Fa91n91801ATenud innuenandu 550 nm SnO il optical
refractive index n ~ 1.8 [18] W&z SnO, il optical refractive index n ~ 2.0 [19]

2.3.3.4 aan15As129% Compositional and electronic properties A8/ XPS

Lﬁaﬂmﬂmﬁﬂizﬂaumaﬂﬁm (Elemental composition) LLazé’fﬂwmzmiLﬁmﬁuaumﬂLﬂﬁ%ﬂﬁm (Chemical bonding)
ﬁ“aEﬂuLﬁaﬂémﬁu%ﬁﬂma‘lmmqauﬁ’amiﬁﬂw% Taglanizilauuie Sno, mimlw%Lﬂmu"l,ml,uaaa'mmiaml,aa
dadumanad mawmaﬂuwuaﬂﬂa Wauu1s Sno, ﬂuu11Wﬂ11ﬂﬂﬁlaLmaﬂ18114LHE]W63J‘14‘H‘-’.]W1EN3J@QPT1J%ﬂE]‘U'VN Sno,
phase &g SnO phase iauagmmu Fanediamsinsgiiiazannsavenldie XPS mmm'ﬁmqum’] Sn iAnTusy
manafifu 0 T ogluaniuy Sn” oxidizing bonding state %3e Sn”" oxidizing bonding state lagran1siiATIE
Oxidizing bonding state U84 Sn 3ds,, kag Sn 3d,, NAUUI SNO, Agimswdotuiinnudiudures SnCl,.5H,0 Fif
A4 9 fe AtA XPS LLamﬁqgﬂﬁ 31 Tneiilewrsnsduitulénsmisening sn” oxidizing bonding state fu Sn”*
oxidizing bonding state 1m&emunnsmiuAIdIuTes SNClL.5H,0 Tidns ¢ ﬁ]ﬂé’m’mﬁuﬁuﬁlﬂuﬁqgﬂﬁ 32

ngURzulaa dlemnudiudues SnCl.5H,0 SAwnnTuauis 0.30 M Sasiaiiulénsinssmning sn™ oxidizing
bonding state fu Sn'" oxidizing bonding state fifnanatet1a5IAE TurNEANI L:ﬁammvﬁwﬁwaq Y04
SNCl.5H,0 Srnntuazdunarilfiin Sno, 30 oxygen Wawuszyaaiifu sn’ oxidizing bonding state G LUu
wa‘mﬂ‘viwaumaummmmlmlﬂ’masaq Fatfufevilv mmwwmmeaqwmyumuaaaa mumaammuau oxygen i
WAauszyaaiiiu sn' oxidizing bonding state 1t Wunali oxygen vacancy fsmuautiovas Sanavasanumun
Yosuiursnmzansadudulaannsinandivesilanuisiie Hall effect measurement
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2.3.3.5 nan15asizviauan19lniligag van der Pawn and Hall effect measurement method
uaﬂmnﬁww@’ﬁﬁ%’aé’qiﬁﬁﬂﬂﬁauﬂawwlw%ﬁw van der Pawn and Hall effect measurement dunaiinilidu
windlafianusaszylii Wduthy Hu n- vide ptype saianansavsvenanminumunslifiuarannedesvaamme
1 Tneman s inuanssazuil 33 uas 34
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Hall effect measurement
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ogalsfinunanisin carrier concentration a1n Hall effect measurement HidAudfiunanisiaszs SnO phase
impurity AAstludofidusthadiulddaou Tnenaannisinsesigae XPS Uadin le anudidures SnCl,5H,0 fidn
wntuanlunarilss Sno phase didnanas

MAHaMIIATERTITARE TeiRatwilesan Wemududures SnCl.5H,0 Wntuasiinavls available oxygen
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asvuituinsosfudusuiuinniy Ssnsuensvie decomposition 484 Cl 891310 SNCl, AOIIFUNAINUIINAIL
Soufitufnsesiuldsuddud 300 °C WWofl Precursor droplet innFufinasilindsnuangusesiuiialsifiometo
§1uuved Precursor  droplet  figvhliiuszmaaiisswing sn fucl Tu SnClg.5H;0 wenoonannule il Cl
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