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Research Title  Synthesis of Nanocrystalline SnO, Thin Films by Ultrasonic Spray
Pyrolysis Technique for Supercapacitor Electrode Application
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ABSTRACT

In this research title, an ultrasonic spray-pyrolysis apparatus has been designed and
constructed at Surface Physics and Laser Laboratory, Department of Physics, King
Mongkut’s Institute of Technology Ladkrabang. The goal of this research is to synthesis
nanocrystalline tin oxide thin films from the purposed-built apparatus. Ultrasonic energy
from the generator can be transmitted via water to the precursor solution became
aerosols. The aerosols of the solution were conveyed by N, carrier gas through the
transport tube to the substrate. This substrate was placed on a heating plate in the
pyrolysis chamber. The substrate temperature was controlled by a PID controller. The
suitable process-parameters were fine-tuned and are as follows — N, flow rate of 0.05
/min, substrate temperature of 300°C and annealing temperature of 500 °C with an
increasing rate for 1°C/min. These conditional parameters encouraged the better sticky of
the film formation. The effect of concentration of the SnCl,.5H,O solution used as
precursor solution was further investigated. The concentrations were 0.05, 0.10, 0.15, 0.20
and 0.30 M. Thicknesses of all films were around 300 nm. The optical transmission spectra
for all films revealed highly transmittance in the visible region with greater than 80%.
Refractive index was between 1.85 and 2.0. XPS spectra for the Sn 3ds,, and Sn 3ds/,
confirmed that the films were composed of SnO and SnO, phases. For the films deposited
with 0.30 M, the better conductivity and carrier concentration were 17 Q'cm’ and
95 x 10" cm_B, respectively. The disagreement of relation between XPS and Hall
measurement suggested the higher carrier concentration arose from incorporation of

residual chlorine from the SnCl,.5H,0 solution during deposition into the films.

Keywords: Ultrasonic aerosol pyrolysis, Tin Oxide, Hall Effect Measurement, XPS

II



ANANIsUUsZNA

vaveuAM aMgInemans an1tumalulagnszasuinandaunmsaianszds lagns

passlllasuyuativayunTideanantumaluladnszaounad ninaunmsainnseda 3nwas

7
NuRuTele Usednteuussuna we. 2558

A.ANITI AR YR
151 LANERRN
UAns auons

III



Y

UTIARED ©vvvvvvenrsvessssesesssssesssssessssssesssssesssssesssssesssssessssssesssssesssssesssbssesssssesssssesssssesssssessssssesssssesssasesses I
ABSTRACT cectecteerterreerreerseiseeseesseesseessaesssesssesssessstssstesseessaessasssaesssesssesssessssesseesssessaesssessnssssasssaesses Il
AAANTTUUTENIR coorreereeresreessesesseessessssss s sssssssss s ssssssssssssss s e s s bssssssssssssssssssssssssssssnsssssssnssns I
BITTURY eeurereeesseseessseeeesssseeeessss e esssse e sss e bR RS R R SRR R \%
BVTURITU creeererrrrremssssnnecesmsssssssssssesssssssssssssseesessssssssssssseessssssssssssssesessssssssssssnseesssssssssssssnsesssssssssens VI
BTTUBYRNT N e eeveeeeeeessesessssesessssesessssessesssessessss s es s s Rs R R AR bR R0 Xl
UTTE 1 U Yeoeeereeeeeeesee s sees s seesesseesseseessssssesseseessssess s eseessssssesseseessesessessnesesseee 1
1.1 AU UUNLAE AU QYTOITM oo 1

1.2 T0QUIBAIAUBATINITIVY woorroneerreeierreeessss s 4

1.3 UYOULIAUBIATINITIVE oo 4

10 FEEDUUTTITY oo 4

1.5 WHUNITANTUSTULATINNTIVE oo 6

1.6 USEMUTIANATIUZIITU e 6

16,1 BT IYE oo 6

16.2 BBIENTVTUL ooooevveeeeeee oo 7

TR T LK o TS 8
2.1 QIUITITUREITO e 8

2.2 PSRN e 9

211 Fduuraiuneenlen (Tin Oxide Thin FILMS) ..o 9

2.1.2 Ultrasonic SPray PYTOLYSIS......ccoieeriieiriniieieisieieieeeieiseeeis e 11

2.1.3  Growth mMeChaniSM ..o 19

2.1.8  SUPEICAPACITON ...ttt 21

IV



d15Ugy (sia)

Tire
UNT 3 FFNNTAUTUITUITY oo eeeeesesenesssseessssnessssmessesssesssseesseseessssesse s 25
3.1 MseRniuuLaEiRTTUUMSdLATIElduuRuneanled
BB USP e 25
3.2 MW38UFIUTENTU ( substrate  Preparation) @3uns
LABBUTNRLUNT SNO, oo eee e esee s s sseeeeeesseeeeseseeeeeessenee 27
321 \nsesleuagUnsaid munsineaaT e AMHULAY o 27
3.2.2 ijgumaumw‘hmmazmmgmim%’u ................................................................. 27
3.3 N1SM38 Precursor  Solution LAY NISEILATIZANALUI
SN0 gttt ettt ettt et ettt et e et eteereann 27
B30 AITHAT oo 27
332 gUASEITIEIUNSERILANTATANY oo 27
333 N1SWSENAITAYAY SNCle.5Ho0 TAMUTUTUANT oo 28
334 FunEUNTENUTTUUREVINTEUATIETELUI o 28
3.4 MFInauURY0INANUI (Thin Film Characterization).......o oo, 28
3.4.1 Field Emission Scanning Electron Microscopy (FE-
SEID ettt 29
3.4.2  X-ray Diffraction (XRD) .....cocoouriuriueiinieieieieiseiseiesieeiesie e 30
3.4.3  Micro-Raman SPECIIOSCOPY ...ccovviiuiuiuricicicicieieieireee et 30
3.4.4 X-ray photoelectron spectroscopy, XPS.......ciineneneeen. 31
3.4.5 Four-point Probe Method ... 31
3.4.6 van der Pauw Hall Effect Measurement........ccccveinninicnieneeen. 32
3.4.7  UV-Vis Transmission SPECIIOSCOPY ....c.cueueuerrrrurrruriniririieetieieieieterereeseseeeneens 32
UNTE 4 HANITAUTUIIUITY oo eeeesssseees e smsessssees s sesssssesse s 33
4.1 SyUUNMSFUATIZRNANUNeME Ultrasonic Spray Pyrolysis.......ccoeerniennecene 33
4.3.1  Ultrasonic Transducer HEad ..o 35
4.3.2  Glass Water CONTAINET ..o s 35



4.2

4.3

d15Ugy (sia)

Tire
4.3.3  Precursor Solution CONTAINET ....ccceeveieieiciieeeee e 35
0.3.4  SOWULION RESEIVOI ...iieiieiicecie e 35
035  FLOW rate CONTIOL. ..o 36
0.3.6  Pyrolysis REACTON......ccooiviiiiiicieeeee e 36
431 YAMAAIIUTOUAUTIUTOITU s 37
B.3.2 FEUURRMIG ovvreerreeesieeeeeeeeeeeeessssssssssssssseeesesesssssssssessseeessessssssssssesseeeeesseses 37

HANITNAFBUNITVINNIUYDITEUUNITAUATIEHANUIIAYN
DONMIANIE USP ..o 37
821 HANNTENEATNNURIRAE FE-SEM .o 39
4.2.1  WaMIIATIBYBIAUTENOUTIHAIENATA EDX oo 40
4.2.2  WaNTUATIZRAUTANAUAIY XRD ... 41
423  WanTAATIZRAUUANALAIY Raman SPectroSCOPY ..., 41

424 wan1TIATIERaNURANANAIY UV-Vis  transmission
SPECIIOSCOPY wrvrvevveieniiririeieieteieite sttt ettt ettt ettt eae s sesenens 43

425 wan1viaTzvauiAnauae Collinear  four-point
PTODIE . a4

HANIINAABUNITYIIIUYBITEUUALATIERTANUISAYN

oonladsey USP Alfimsufuussssuy - wavesany
U TAEANERITU .o 46
831  WANITENEAINNURINIG FE-SEM. ..o 46
432  NANITHATIZAATINANNTEY XRD..oooooooeeeeeeeeeceeee oo 47

433 Wan1sItATIERAaNTANIINAIAIY UV-Vis
Transmission SPECIrOSCOPY .....cuvururiiiiiiiciciciciceee s 48

434 Wan1TAIIgR Compositional  and  electronic
PrOPEIIES FIIE XPS...oooovooooeeeeeeeeeeeeeeeee e 50

435 wan1vaTzRautaAnelnWiime van  der  Pawn
Hall effect MeasuremMENt .......c.coceieceecee e 51

VI



d15Ugy (sia)

i

UNT 5 ATUNTITHUAZTOIIUBILE ..o ssesssssss s ssesssssie 54
5.1 ATUNANITITY cooetecceceesssissssssissssessssssssssssssssse s 54

5.1.1 SEUUAWATISVRAUADINATA UPS ..oorrovrrcrrrsecrnssienessesensns s 54

5.1.2 TAHUNT SNO oo s s e e e e 55

5.2 UBUAUBUUEL w.covrrveerressneesessssssssesssesssssssssss s ssss s 56

UNT 6 AFUNARRATIEDNMINUAITY 1o 57
6.1 TIWLBBANBNATITUITY — BUITU. oot 57

6.2 NELDYANARNFRIUITY — NMTUTEYUNIIYINT v 57

6.3 SNULBYANANTAIIUITY — UNADI oo 57
BDNIEITTDNIB e erevveessssseeeeeessssssssseesesessssssssss R Re s R R SRR 58
Y OO 61
ANANUIN N crivennicismssssisssssssssessssssssisssssssssssssssssssssssssssssssssssssssessssssssssssssssssssssssssssssssssssssssses 62
ANANUIN Urveeenrecvsnmmsnisssssssssssssssssssessssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssses 64
AVANUIN Blceeeeerneessmmsaessesssssaesssssssssesssssssssesssssssssseesssssssssesssssssssesssssssssssssssssssssssssssssssssssssssses 66
UOUAUTETARADUEE AU eeeerererssesasssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssssss 74

Vil



AR 2.1
A 2.2

A 2.3

AN 2.4

AR 2.5

AN 2.6

A 2.7
A 2.8

AN 2.9

f15Usy5Y

Y
Uu1

1A3985 19N 19NENTDIAYN DN IIATILATIAT MUY TULLE oo
A9UTUNBUNISAANBIDINIAINNASNIAAFUS AR5 LaRNLYN

ATEUNNAUUDIUDIIAD oo

' v
a =X a A a

Tuanad@deaduluanaigndafalifuiiuiigiusessusasll

Y

1 o

ausapdeunle widmsuluananlalaegfniuiuin

F1u5835UaNsNazaoueantUIINAIWULAYL Lazd1u150

dll ¥ tg ¥ 35 1 o 1 el' 1

weuseanlulnalduindudluanatuegludiumisniieesn

DUNTVURIH NN oo s e e s eseos
a I o a A o v A Ao |

AUNVBILUAIN I EAAAUD AN LY NN NTNARDUIUIAVD

atomized droplet tay ANUKUIYBY Barrier layer Lilooly

WaIANLTAARUNAMNAAT VUIATINBIBINTFRTHUIUIA LG

LAZITNARDBNUIIINHURINENSINUNFINTNLBLTB U UNTA

o v I o a A aa a |

PAUNAIANTAATUTTA VRGN TVrerrncrrserrssserrssernsesesssernsssesnennes

SnwaEUD9 Atomized precursor droplets #a4AALARDUN

DONUIINATUUUR I IVDIENTALAVERAIAU oo

(@) wavelgUUNHYDITTUUNTUINIULAE (D)  WNAYBIVUIA

Atomized precursor droplet 3ufAu  Ndlsion1sWDIUFIVO

WauUugIUTeIU nenaud atomized droplet  zAnasy

§1U5095U droplet TaN1MEMUAGULUVINUA 4 TUADU ..oovooree

& s v & .

YUABUNTTWDTUR UL NUCLET oot

ANURUILUUUDINISIAATIAAETUY (a) AMUBUILULLRY (b)

DTV LUEN. oo eeneeeeeceessessesesssssssesseesssssssceessssssse s

sUsuuvesnsiialanuugusessuliegmeniu 3 Tuun : (a)

Frank-van-der-Merwe mode, (b) Stranski-Krastanow mode

LAY (C) VOUMEI-WEDET IMNOTE .ot

VIII



d15UysyU (vi9)

Wi
amdi 2.10 nsWesudivesiiduunsluluum Volmer-Weber  growth
mode Léﬂ%ﬁﬂimLaqagﬂam%’uuuﬁuﬁmamﬁm nucleation
state steps (a) nucleation iAoy (impingement)
(b) By (coalescence) () wae Tuiigntfnniswasus
Juilduusdaonadu columnar  thickening  (d) e
polycrystalline thickeniNg (€) ..o 19
AW 2.11 SupounAnTIgIUI SnO, UUFIUTOITU ceovvvrmrrsssssssssssss e 20
Al 2.12 Tasaadaialuvead il AUUTERB98AMUY EDLC oo 21
Al 2.13 TassaenluvesiafiuussqBeenuuy Pseudocapaciton ... 22
awdl 2.14 Tassaanluvesiafuusegenaiiidalaiianainiane
aonlun %QLﬁﬂmiﬁsﬁﬂJU%Qﬁ’jﬁLwU electrochemical double
layer Uy Faradic reactions FWNIHAMAIIUDED oo 23
At 2.15 TessadsnesiafiulsEaeinfiasai 1o NI SAROU oo 24
Aafl 3.1 TesunIuTeIsEUUNSLATIERIENUIE SN0,  drewmada
USP FHOETIMITAZNU oo 25
AW 3.2 spuunsdueTeiiduunsiiemaiia UPS  fiviinisesnuuy
AT UULIOTINITHT I oot 26
AWl 3.3 ndosqanssmiBidnasounuuideunsIAvesUItm Hitachi §u
G700 ittt b ettt s bbbt s et st bt s b ese bt e s s b ese st ere st ereseas 29
AT 3.4 PHILIPS X’Pert-MPD XRD DIffaCtOMETOr .o 30
ﬂ']‘wﬁ 3.5 NT-MDT INTEGRA Micro-Raman SPeCTra ........ccccccueiirinniiicccciciceeeeeeeee 30
m‘wﬁ 3.6 X-ray photoemission SPECTIOSCOPY ....vrurvririeeiriieeieiieieieieie et 31
il 3.7 Four-point probe teChNIQUE .......ccuiiiieitcece e 31
AW 3.8 UV-Vis Transmission SPECLrOSCOPY SETUD ..ouvuieiiiiiciiiiciecciece e 32
AT 4.1 A nEesEUUNIEIATIERIELUIS SNO, dewadia UPS filé
TN TTAT I oo 33
AT 4.2 SEUUSLATIERTIGUUN SN0, @rewmada UPS NNYUUD (a)
AN AL (D) ANUUL oo 34

IX



ﬂ’]W‘f"i 4.3

A 4.4

AN 4.5

ﬂ’]W‘f"i 4.7

A 4.8
mwﬁ 4.9
AR 4.10

AW 4.11

d15UysyU (vi9)
L%
iy

SEUUMTRUATIEHRELUI SNO,  drewmedla UPS  weuedl
waaiilnadusanslefintdeiilian atomization  of
PrECUISOT SOLIUTION .viiiiiiii e 34
Ultrasonic Transducer Head %Qm’ml’nu Glass Water
CONTAINET ettt ettt ettt et e bt se et et et ereeaeeaeane 35
(a) Glass Solution Container (b) Glass Solution Reservoir
AL (C) FLOW-TAte CONTIOL......iiviececeeeceeeeeeeeeee e 36
Pyrolysis reactor idnwamdulauufvatedans 2 @
Fruvuduniseenveuiia fudrsaziivietutaduidaly
a1ty wag Insiealuauiianianisluaves precursor
droplet 213l3nelu (a) Fugusng 5 leuA Pyrolysis reactor
nTIAUANTIANIaNTSInavedLia uag Transport tube (b)
UL ATUNUIENO U AN e 36
YALANUTOUTUFIUTOITUNTOUYAATUANDUNNN oo 37
STUURALAATIANNTAAIUANSATINITAABONFIBNGBIATURLL . 37
AMEE FESEM  vasilduuisiildainnisduasziflagld
ultrasonic  generator  #iusrAnSamlunissuilaaduld
avaneuazEoN95IAEY i SNCLE molarity TN e 39
ANUTUNVBINANUS SO, Fnanudiduresansaransnady
SNCLE5H0 oo 39

AT 4.12 EDX SPECtra VOTHAUUN SNOeerreeeeeeseseeeseseeseeesee et 40

AR 4.13

AW 4.14

AW 4.15

A 4.16

XRD patterns ﬁuaqgmiaa%’uuﬁa pyrex ey auu1s SnoO, ﬁl
LAIENIINAIULTNTUVDIETAZANY SNCle.5H,0 A6ING ) iU
0.05 M, 0.10 M, 0.15 M, 0.20 M 118 0.30 M. .omiriieieeeeeeeeeeeeeeeee e 42
Raman spectra 999§1U3895ULAY pyrex way Wauu1s Sno,
fiwsuananududuresansazats SnCl.5H,0 Asng 9 fu
:0.05M,0.10 M, 0.15 M, 0.20 M Lha1® 0.30 M ..oovieioeiiieeeeeeeeeeeeeeeeeeeeeen 42
NAYDIANUINTUVBIESAYAE SNCe.5H,0  NiRaAINUdY
Raman Alg mode Wa¥ Raman S1 band ..., a2
Transmission spectra 8d#ldNU1a SN0, WeAududuves
a15azany SnCl.5H,0 Sandu 0.05, 0.10, 0.15, 0.20 uaz



d15UysyU (vi9)

AW 4.17 naveInsliveyanlaain Transmission  spectra  tunismn

Energy gap Va4WaNUN SO, WoALULTUYDIEITAZAY

SNCly.5H,0 TAdu 0.05, 0.10, 0.15, 0.20 WaE 0.30 M..vvccvvrerreerre

AT 4.18 WATBIANMUTUTUYDIANTAZAE SNCl.5H,0  713f® Energy

gap ag AMNRUIVDIHANNLAINAINAAVING FE-SEM...oomce

AN 4.19 NaYIANULTNTUYDIEITaray SnCl.5H,0  NnpAAINY

ANUNTUNI NN UDIHBLUN e

AN 4.20 A Wa1Y FE-SEM (top view Wag cross section) Uoawauu1e
laannisdansizilaglyd ultrasonic generator N1UsEENSAMN
TunrsitinAauAoud19As molarity ¥09 SNCly M1ANRNY 9

1510 £ O AU IVOIHELUN 1o
AMd 4.21 XRD patterns fien molarity U84 SnCly fiaena T e
m‘wﬁ 4.22 UV-Vis TransmMIisSION SPECEIA ..ouiuiriririeieieieic ettt

AMA 4.23 Energy bandgap 18IWANUNNIINNITELATIZHAIBAIAIN

LU TUYDIANTAIAUPATA NI oo

= v A v a a6 A o (% L84 Y v
AN 4.24  AYUVNLALTILEIVBINANUNNINNITELATIEAAIYANULUNVU

VOIANTAIOUTIANAN G oo

AT 4.25 Sn 3d XPS peaks v8dldNU1e SnO, fiAAnududuves

SNCla.5H,0 7R84 9 : 0.05, 0.10, 0.20 %% 0.30 Moo

a [ ] & v ' 2 T . L g
AT 4.26 dnsnduiulansinsening sn” oxidizing bonding state Nu

S oxidizing boNdING State ....ccccvieiiicee s

mwﬁ 4.27 van der Pawn and Hall effect measurements......cooeeeeeeeeeeceeceeeeeeeeen,

AN 4.28 WAYBIANULNTUVDT SNCl,.5H,0  solution 7dme  carrier

concentration Ya9duUI1e Fadaltaain Hall effect

TNEASUIEIMENT . ..ot e et e e

XI

Y
UuUI



A5199 2.1

A1519% 4.1
A1519% 4.2
A15199 4.3

A13UYA1319

v
KU

AU AN ATNUDIAUDDALES oo 10
= a &
LU NI T DT UDINTEUIUNNT oo 38
2IAUTENBUSINVDMANUI SNO, ANAIUTUTY SNCle.5H,0 AN v 40
= Y] ea & Y] aa )
Roulrlun1sduaseilau U mMAIINNINITUTUUTITEUY 1o a6

XII



uni 1
UNi

1.1 anuduanuazarudrdgyvaslym

amglaniou w3e n1zienialisunlas Wulgmilngvedanslutegiu awmg

nanvesnstinnnglanauiliinduinainanuseinsidndinuvesyediiionnuasainauielu
ANSA159T76 LRYLNAINULIDLNAINDETA LU D1URY UILU BaY AIYFITUYIR Lﬁusquwé’muiu
9 d" ¥ d’lJ a a 1 = @ ad Qll a
nstulAdoUlAzRaUAUDY N1Taansidomasmeadanis 9 as Juduidnlaassiiazanlsnim
Aaarsuaulaeanlaanyiliinaninslansou mnusndulunisannisidaomdeada 3unnTu
A luiunsimIngsunawnulugUvemasulii mswisuwdamdsnulugusig q Tied
Tugﬂsuaqwé'amuiw%mmﬁqmiﬁmmizwﬂﬁﬁ'ﬂLﬁuwé’qmuiﬂ/\lﬁ’]ﬁiéfmLLazmmimiwwé’Nm
A v ¥ = a a ~ & A o & = v ) a
29NUEBABIN15 WBgN9TUsEaNT A NI W TUT eI Tukaz duau e lun s LA lulad
wAluladadllen (green  technology) NHUIEENTANEINSUNITAS NI UNAULNY LaBFINIABY
AdanalunIsiaumalulad@ilen Ao WHaIN EANSINUANINE1IRBIUIIN AI9DITINEG %50 Ay
Jusiu deadidunuluniswdafiduazduiusiuussansamlunisldau suis desaunsala
naeueenunlinaensEezIan 24 Falus Judulein ssuumsiniiundenudadiannudfynenis
WL NALULagETE7 TneddsNuans1eniu 2 35 tawn
[ I3 % [ = ¥ -al'
- msiniuneden Tuguvemdsnuaiilaglduunines
Ufi581399Nn% (Redox reaction) 5¥1I19UNanzhaznIA
MIANAAUANNANGTEIINIUINIEDIVDILUALNDT
- nsiniiuneess Tuguresaunuliihainvesuszquan
wazlszgaunivaliiivisassvesduiuyseq (capaciton

[
=1 v @

& oA Y o Aa P A& = Aa =
ﬁULu@ﬂﬂqﬂsﬂﬁﬂsﬂ@ﬂflﬁﬂuqiuwm@Q‘Via']ﬂﬂigﬂ'ﬁ DINLVU VUIANLAN HNUNNIFAUNETSEY 93U

Y
=

nasonsLfindnsnmaesnmantitanodaiulidn Tnsfanszduuluduldgninunfnw ua
Usvendleensunsnaneisluiiamnssuaans unmeeans Janmans Inerenansiugiu woe
Inermanslsvand Tuanmsussandldfunumeiunistniundsnuddasfugudimdany
Ifhansnsadniiuly Sadeldindunsfmuimalulad@idosfifussaniam dmiussuuinifv
wé’wue?fqﬁmméwﬁwﬁﬂ%uiuﬂm;ﬂ’mﬁmmﬂﬂizLﬁumim@Lmauwé’wuuazﬂzgméamé’am
Foilviuunigeiiesldsadundousendanulwihvawunmsliiududemas uitlymoes
solwihituindoudsuunneddedodifnludusseeniaenismfaunmeivianss vilv
sududesinisimursolnfiwuuleusa (hybrid electric vehicles, HEVs) Fu@adunislden
fufussniaedossudiildhiuwasuowesiihiiduiadeusouumned wummedaslimasny
Fusunmisisanasiivazaunasnuluvaeiusn (regeneration  braking)  WAnISAEYNIILALINTT
wuameIeEeINEIEliegnslinuarUssansnmussiunnedanas uaziilelumnedd



ﬁﬂé’qqawaimhqgu q dwsunsisafieeensisndusedduunnelrwalvgniiimsssdudmsu
nslfrunivilvisnidmiindatulag sy

yadenwils fe mﬂ%’ﬁ’;tﬁuﬂszqéwm (supercapacitor, SC) $uffukunmes Faufiu
Usyabegavhnihiidiefdslitussuudossuudeamsiidsnugdlutadu 4 fufuusegdaean
AogunIalinundsanu (energy storage device) ﬁﬁmsﬁwmuazﬂiawdwmemaéﬁ’uﬁuﬁumm
oﬁ’uﬁuﬂazqéqmm 9719158071 ultracapacitor %39 electrochemical capacitor TuUaITITINAE
favnsalaegrssansumiiousiiuuszquaiinuguinnandiiulszgsssunn 20-200 win [1]

fufiuUszqieeafugunsalinifundanudalniiieg (electrochemical storage device)
AdudminfuresinseniuuameitagiuAvysruuusssun Tuldvesnumutungdaany
wagdslilih Wewdsuiisuiunumneiuduivuszgdaniiauamsalunisdieidan
i ldgddunatdy 9 luvasiwummeiannsodnifundsuldnniuazamsadeidsli
#ndn wpAnssuivhlssfuusegnniunlduiisgnldlusasudleuin iteshmihiifnut
wEnuAAnnnssALareiadurazisvideniseond [2]

fanuduldlagelunsszendldiiAvuszadannlumalulaninfvazaundsu
idesaniamnumuiundsnugaazdongnislinueniuiu ety wumnedvin Lead-Acid
AUV UUN I U AUALLUILAE T 25-35 Wh ke wag 75-130 W kg anudnu §
cycle life (Sruauseulumssauszquazaeuszgil 80% vosr1gsgn (depth of discharge)) 200 -
400 59U duuuaneIvdia Lithium-ion - ANLMLLLIUNEINULAYANIIUULAES A 100-
150 Wh ke wag 250-360 W ke anudsu I cycle life 400 - 1200 sou Tuaaefifisnenuain
5T hannsnaseiafuszaBiniliieuilumsveunuuiissiunaandutalaih ffan
VUL LAY ANURMULE U7 148 Wh ke wae 315 kW kg muddu Taed cycle
life 19131 10,000 Ineusz@vsanlunisiiulszyluldanasas (3] Tnefimsseaudieldvieu
Tuasvsuuvuidssiuuaiudalnihuasisidninsladdu ionic liquids udafirAmnuguasi
Audseglaaeia 440 Fe' (4] wdnszuaumsaisdeududeunazeisnn feomauaisedianm
neneitld dufuuszaBeeedifdrlaiidu metal oxide a¢lvirdgeuaziidnmnugaswing 50 -
1100 Fg '[5] Tnedl cycle life snnnh 500,000 fsenuirduiuuszgdeeaiitalniiudy metal
oxide [6,7] Taglawzognsbefiaineain RuO, 9eimnuggedie 700 F ¢ fiAnasmuiuiiuyes
waugs uiilesaniisadeutiegs suddanuduiivieanmnden Jadudndidalunis

I Y

I v U 3 a a &= val a v 14 o v [3
ﬁi’]ﬂLLﬁ%WGL]H’]@’JLﬂU‘Ui%QSQEJ’JWU‘HWH ﬁNlﬂﬂJﬂall‘L!ﬂ’mEJIéﬂMﬂ’J’]@JﬁUIQIUﬂ’ﬁWWU’]WJLﬂ‘U‘Ui%Q
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N ¥

Bepndidtalaindu sno, Fadu metal oxide fifduyulunsadiein Wudnstuaninundey
wazdunoulunisaidlifirnududou deflnuggeia 285 F ¢ fiscan rate 10 mv s lu
Na,S0s 0.1 M legaudnlaluanuduiusseniteesnusenau laswasne audivesian S9a9%4
Fnsuwarnszvaunslumsdnameidie i fanlassaisseduuluwdiiy asthmlugnisiaun

dwfunisldanuiieliiinUssansnmesanvesiiTanios



Uag0uin15d138n1961e 9 egrsunnuieuUsesgnalglunisduaseiian luseauuily
= a s = s 1% = 9 ) 1y a ¢4 ¢ a

FdaauuRyneantedniilasaiawdnseavunlu wediluldusshvglugunsalunludianing
ind Inen1sdeasieiuuaunsailavainuaiemaia iamealianiaed wag inatdan1eildnd wu
watiansvibiszmenansidule wmallanisadames welanisesn@edu weda Pulsed laser
deposition nadla atomic layer deposition waz wadanislduiizemiaedl 1Wudu Feaunse
AIUANVUINYBINEN TATIAT1S wag anniuilvesTanlaainnisaruaunsinesnlyly
nszvIuNITHEn dmsunisinluussendldednalinuainluseduanaivnssuvuin g du
N3EUIUNINEANIRANATIERENUIIIEADIaNNsaduAT e RN o 19lin N LAz auTRnY
AOINNT ANUTAVIBTERUNMISHARIINSEAUTRIUURNTIUgTeduanamnssy Bnnsdsiasldiaan
lun1sdupsigitdeguasAuAInInfign Inemalian1sinseunsoduaseriilauuiesie Spray

L O g oA o w1 & a ay v oA o & ] v & a
pyrolysis HulunigeusuiuindumaiiaildnIoonugiu 1danios saunsaunsatiivvuig
WIONUHINABINITATOUTAUUIN way 9EAaNITVEITTAUNITHEN [8] N1TaMUNIIAIWATOID
gunsal uag ansaany tulsiAgnnIndeSeuiisuiuTsnsdunseiiauseseuunesldseuy
GRYENG 98919U RF magnetron sputtering Low-pressure chemical vapor deposition %3
Pulsed laser deposition  Fumnaaldelaldingludiuvewvasiuilaagesaeudiees
wana1nInsrUIUNISAISIiAnIon1sHesuRIvesllduuIsemalia Spray  pyrolysis Sadu

Y va ¢ Ao yal o & a [ = [y
nszuvuMsatvayulviauumduaeiladanvagiuindugnuiasswnandnsedunly (9,
10] Fuduantinilandrdglunisduasuusz@nsamnisinnueesiuiulseqdeIn  5Iu
= o ae " v v 4:4' = =~ 1Y) A Ay = ale

nszUIUNsKsBNgIUTesUTaNlLgsendudeu WallSsuiisuiumeliafideanseniidulussuy
geyeyIne

dmsululsemalneg nsduaszniauuisiynesnlentuaiuisaiilalaenguidenane
WIRIEiU 917U NAMENTNEINTLAFIINRDN UNINYIGENBATATENS INeUVRAITIYT taedl

s v & v o e a v a wa av aa ¢ s o a aa ¢ Y

ausvasdliiolilu Wilauia e vosljiRini53de WandUssend 1 nadvildnduazTan
A1ans AeIngenans unnIneaededdua lavinisdeeaseiansiyneenlenlidlasaaiiely
seaululasiuns vise TussAuuluns lnegnyamuneuainiside Ao nsimuingIaduingen
weafisnaign teldiduasewsiainlsuiuneanssadainaumels waz n1suszhvgivad

A ¢ a aAv Nay e Y | A YV Yo i A =
waserfindytinddouarnimaluladilauuie andeyawinnauainladdddnuindnisfneiuas
duniilduunsiuneanladiionisussgndldiutaliinvesiuiuuszqBeiniulszmelne

lasen9ideiilunisandusnuddeiiioiinisduasziiiduusiyneenledniilasiwén
syauulumematia ultrasonic spray pyrolysis (USP) iigseuunsddasiznianuismeinaila
USP  Paglavinniseanwuuasiauidu Nesufuiinisideidndnuiituasziaiwes (Surface
Physics and Laser Research Laboratory) Maiwi@nd augdneans a3a. lnggadun1sfing
MitaduuaznslinesvedsrULLarnTEUIUNTT (System and processing parameters) 119z @INa
aglssienszuIunsiiauaraudRvesiiduuisiiunaenles Wy dnyuzkarIUkuUedlATIasIg

Y8432UY gUNYHYBIgIUTeesU dnsinisivavesufaiing anududuvesaisavaly uas



sruziantunisuan Wudu audfvesiduunsiiyneenledazgninwiwaziinsisieinaila
Weskuitmaresufiinislainisaiuasifmutuliuduiesessunisdauameiiduuns 1ud
UV-VIS Refection and Transmission Spectroscopy, four-point probe measurement, van der
Pauw Hall effect measurements Wipautifinlaludowiuldmudoinis fiduuisdaazgndeen
lUAnwBsdnmemaila FE-SEM, Raman spectroscopy, XRD wag XPS Lﬁ@ﬁﬂlﬂ@iﬂﬂﬁﬁwuﬂém
vRyneonleddmiunsussgndlddudalwitlisuinfuussgBeandely

1.2 I99UszaeAvadlasen1sivy
A o ca ¢ N sl = 9 & & a
Wiedauasgnilduuishiyneenlennilasandnseauunlukazanudusnuuuiuig

seauuntumIemAtA USP

1.3 ¥aULUAYD9lATIN1SIAY

1.3.1 senuvumazaivszuuduaeiiduusiynoenlesfiflasmdnszdunluy e
waila USP

1.3.2 Anvideulvdmiumsduaneifiduunsiynesnlsdiiie il dlassmdnuagiuio
fanmanudugngusssuulufessuuiivuuty

1.3.3 yhmsduasgiiduuniyneenledlaslifouluiivanzan

1.3.4 U'ﬁzLﬁu@mmwmaﬁ\léumaﬁuﬂaaﬂiﬁzﬁﬁﬁéﬁmswﬁié’w’é’wmﬂﬁﬂ FE-SEM, XRD,
UV-Vis Transmission Spectroscopy, Four-point probe, van der Pauw Hall

Effect measurements

1.4 5208U3FY
uATetl wlsnmasndunwdu 3 @ ldun
" panuUUkAras1asruUdLATIilduusiynaanlefaiumaia ultrasonic
spray pyrolysis i’JﬂJﬁ’j\‘iﬂ%UU?QI@N&%”N‘UENWUULﬁ‘aﬁﬂﬁlﬁ@mimﬂﬂﬁUﬂJaﬁia
13082009a9UUF1UTBITUTUAN BRI UUTIUSEY (Laminar flow)
" nsdaesginlduuisiyneenlaseszuudilsvimsaing

" Ysuflupunmvesildauuaynaenleaile

141 fupeuniseanuuLLAzadIsTULALATEERdNUsRynoanlediemaia
ultrasonic spray pyrolysis 1 Imaa%ﬁwmazwﬁ%ﬁwmia%ﬂqLfluéﬁ’agﬂﬁ 4 SxUUUsENaUMIY
Hioufta Pyrex TuIAKEUKILALSNA 20 mm ATMETITENE 400 mm dluuIuey Uanevides
fulfsasieauenduasUszan 50 mm Ymiidu transport tube iaLdunRaLlRY
wAalulpsiudsimihAduuiadimn Yaresunisvesieazgnseidiiu precursor  solution
reservoir  Bndnuwilsazsadfudindiiionin pyrolysis reactor @ik precursor solution

reservoir  Azsabifutsmaduialulasiay snsinslnaveswiaszgnAluALaie mass  flow



controller a8 Solution reservoir ﬁ%mﬂagjmﬁa ultrasonic transducer seautnlus1AULN

sdosilszdunnugeiivanzay eviliiAnazeedues precursor  solution  aseoonluiing
transport tube @ miunielu pyrolysis reactor UsEneusiy YAIUEAFIUTOITUNTBUAIY
51u5093U( substrate ) ¥nUARIALAAINTRUNUFIUTOITU NiauMETTUUAIUANQMUVAT (PID
control) aumgiigninciemesiudnla wag Yaan1eenuedLia 8nsINTSANLIdaNLYNAIVAY
Fesnsimangay
142 fumeumsdauaseiiduuisiynesnled Wunsvasosduaseiilduuisdiyn
panlenlagazyinnisimdouiauuINaIuugIuIeIsuLnd tnely SnCly.5H,0 Duanssadu gnvin
avanefiolesiuea tnefnwinisiinesiinasenisduasgnilduuns Wiun anududuves
SnCle.5H,0 8nsinsivavesuiaing dnsinisdiuiaeenazseuy aumniivedgiusessy AuA
yosrausandluiin narldnsdaunsest Judu
143 fumeulszfiuamninvesiiduuisiyneanles iunsiemeiidunsitldan
nsdaasgiseteulvineiu Tneflduuisazgnuseidiugaunimlususiig 9 femaianais
wiatianaeiu taun UV-Vis Reflection-Transmission spectroscopy, Raman spectroscopy, FTIR
spectroscopy, Four-point probe, Van der Pauw Hall effect measurements, Contact angle
measurements, FE-SEM waz XRD Taedoyafildannsussifiuaunmuesiidusomatiasa « 4
wavieail
B UV-Vis Reflection-Transmission Spectroscopy : wAdaiivauen
auURTnas laun futinumviataadstau (Complex optical index)
optical energy band gcap suvedanunsaUseiiununues
A A ] ‘17?& AUl Way optical energy band gap
ANnudTusIngnsauauiuLdunve [Wulusy Burstein-Moss

effect

[
=1

®  Rman spectroscopy Wag FTIR spectroscopy: Lwﬂﬁﬂu%%q
atomic-bonding structure wHaNUN

®  Four-point probe Wag Van der Pauw Hall effect measurements:
wadansinsaesiiazsvenaudimalaiiesian lae four-point
probe  aunsafaaauihlnivesdiduunsldlng lifaswihnisden
vsosiotalilitla 9 asuunu luvawdl Van der Pauw Hall effect
measurements Lﬁumﬂﬁﬂﬁiﬁi’ﬂﬂ'aizq electrical  transport
properties YosfauuIg laun conductivity, carrier concentration,
carrier mobility  lag FUAYDINIME Farvanildwaste optical

energy band gap 183WauUlAYAT



FE-SEM

HANVeaTaY zgndunauazinsiemaiamani

; AnvUZLAYANTTVIEVOINUEY TIINsEANITTRdn

XRD : Yayaiildann1siasient XRD pattern ageaziden Aa wiln

wazUuauwes phase s 9 MlussAussnavegluildy,  lattice
constant LLag grain size
1.5 uHunsadueulasenisiay
FLYLLIAN
AIANTUIUY - -
f.A. n.g 9.A. aA. | AN | U.A LY | WA | WY n.A. €.0. n.g.

1. 8ONKUY a319 Uay
USuugsssuudunsent
duuiyneenlen

A

2. FuAs1gRfauUIAYN
ganlus

A

v

3. InanURvesiaNUNa
3.1 duUdtysnasuay
Il
3.2 auUAve9lATIEsId

LALANYULYDINUR

A

v

A

4. UsgilununInuesiay
U

A

v

5. ayUnaLaz U8y

A
\ 4

1.6 Uszlgminaninazlasu

16.1 19wy

Usglevunaninaglasululdangvd Ade aunsadnluada/ane/nelmansgle

Inafinsunludssyndldlaeniagsianiounaanill Felunuideiidugaisusunivoinisimu

3 [ o 1 v ] v/ o YY) I3 a a v & g v
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16.2 B9850
Usglewuiimninaglasuluieansisuy Ade auisadlgluuselovid/undem
Wiy e guau vosdu  Tnenanuddeagliniunsideiidudiumianiazdilugnisiamn
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Unn 2
a av Ao P
wqwguazmu% YNLNYIVD
2.1 UIPNNeIU84
Y] av oA o a & = & o v o v &
n1simukagIdeLiiafduuishynesnlaauissynaldiudaluilluduaulsey
8ag9n Bunluseningd 1975 waz 1980 Brian Evans Conway Mivinsiausiaiulszqdeenn
Tnedigalwi1vinann ruthenium oxide TaeTud 1991 wlassursanuuwansigsznItanginssuly
nsagauNaNIuIeIsAuUsEBaIaiukuanes [11] deunlul 1999 wilduanddiiiuinninug
Yo ulszgdeanasaviiiiudulamenisiiaujise3nenduuiuiavesiagildvindu
T lihdmenisaeleulszgnidianaseuiulessutinssninasazanedianivsladiutaliuu
[1,12] faudiinasdisnsaunagnanisideszydn et RuO, (ruthenium oxide) vindudaluil
Yo o a % o . =3 -1 A
Tifiuduiuuszqaaean aliniug (specific capacitance) @3@ie 720 F g [5] fimy usikilosann
RuO, fmnuduiiy usigiireudromenn waz sianreudiege Jsladngutinidenanengulevin
nsuILazITeauuangulansoenled wWethunUssgnaldiuiiiuuszqdean lneliinidy
wanengueneiu [5, 13, 14] ledwui fduundynesnleaniilassasieszauulu liduiivee
anwindeuuazaunulunisudndn wnzganiszihunAnwiwazyhnsimundutaliihdmiud,
\ulszqBeen
& a6 Aoy ° | A o v a L a s da
NITUIUNIATOUTALUI SN0, NTFuNUAkazdLasiliAnaunguuLlefiay Afe
n3AABUTANU1IAIY Pyrolysis process Ael@ussennie Pyrolysis process 1unsyuIunsnly
& v ¥ ¢ & o o ' PP a
asavangindevedlave (dumieusansgediludviazaiy) iuadlduu  substrate  Mgaungil
a & a e 21 i v v Av & = ° v a
guinduilduvedanseanlentu Inenliusadlunmidsdasyilieaveansazaioiinniswnn
SV a Y] =~ a o . . a a
suduazeaspudunaludy substrate  FUSaNNTEUIUNITTIN Atomization @sazangNAunIg
U substrate ztAinnszuIUAIT Pyrolytic decomposition %aLﬁuﬂizmum'ﬁﬁ@mmm%aumﬂ
substrate YNl ARNTS@A8AYIA1TATA8WaLa15USENaULElATANSUBUIUMA BLABIAUTENDU
youilofldy usanbidnlluiivareuseanaziduletiriuiigs dansiladia(Ultrasonic) 50910
Anglufusegs (High  voltage)  @13150MAITAIAILNITNTLANLFIVBIVUIANEAATALAY
Uszansanlunisnu wazyunisnu Fanrsliusmeliihasildasazanefinnisuandadu
avoasloy Wildvenasaraneifuasiivuinwiniy unnitunalindus Usvaneguuasazaievinlv
a1sazatelaunuludy substrate 11nTU WOIRINT substrate Uszgnsatuiunenasavane

[y

=2 o Y a = o % a a 1 49{ (% a a6 é’
e iAaLsm sl Feagsilvdseansamlunisnuuiniu dugiuinervesidauiuegiu

g
Y
QNN substrate  BNIINITLNAVDIANTALANY WALSTHENWIENIUTNAY substrate [15]
lednguindde Yu way Liao [16] lAimuuuuinaeiasuienssemevamenualsyea

noun1sesuAduvewde Inenszuiunisalsdlnlsladanuinnenvesaisazanefdunivuin



BnazhlmAneyniavesds mafisturesiuunensndunaliaududulevesansazansunn
Juluufanmedsagyinlisnsnsssveanauaznmannagnautnasmusiy

uennidiinguideves Oh uax kim [17] l§fnwmeaitsemeluuinnigamgieiy
asazaneueanaseavatlmnily wnsevenle(titanium tetraethoxide) gnvilviiluazeadlog
ultrasonic  nebulizer  waglulasiugnlfifuufanve mndudamunisivavesufannzuay
onmivesufianme wdnihuensadeuiiuaznsssmevemeauslsveanisinuseavsaimns
LAFDULAENIINTTIEAUMUIAAUSsUBUAUITETRI0YAA HAIINNITIUTBULBUNUIN
UsrAnsnmnisideulasiuiiifinsedeufidursifindunauinaunisasdansazasnas s
N13MATRIRAANI NS LABAIRINTEHLINTIRNDIFINTBISY

2.2 nauiiiieadas

Aa o s

nswndeuiiduuIndunszuiunsidinguszasdiieusuussmseilasunUasaudinig
NeAIMUBITUUNIalansosudandiniudeans 1w Tilaununiua1Isvseaignuiy
nanTaIn1TldUszlesuauau A5n19iedevilanusndussansnmisuilsaenisindeuniela
& = oV v = . -
AU INIA FeanusavilaisannnszuIun1sIaAll (chemical vapor deposition, CVD)
WsoNTEUIUNINNIENE (physical vapor deposition, PVD) nsiadeuilaunglaninudy
deyayIneTenszUIUNINTENdwUlidu 2 35 As 38n1338iMeans (evaporation) vilalaunis
Tianueutvansiiseanisindevaunanaidulefadiduunuludnuasvesilidauuis waz 3513
alnmas (sputtering) vhlalagnisldounmandinugaisdiruasivenisindeulivgaasnain
Wufhweud (target) WduTunuanAnduturesiiduus 9 nAsAnwINUIINSIAaa UL
Wn1vadaweilinan1sAaouNanIINITTEIANETT 1ABLaNIZ0e19EINITLARUMIBLLNLUATOY
alomede NlnsAnasulinanlinaundsvesalng Fausnainilunisiiiulsed@nsninaoens
a Y ae A Yo a Ay N I3 a a ¢ v
wdeunalanunladlinuningandndnae [18] wseglsiniunisiafeuiiduuaneldssuy
guauniadelainduisnisifidunuaeudeas Wewndidunuainszuudyainie
faudinisguiunsedeuiiduunnieldgayannaasduisnsnvhluldfidunfiaaning
& d’lj a §f Ao [y | = [ = 1 [ ] 1 < o a6

unileduisnvarnsdauiuiaziianudundndoutiags wisgelsinunisilauuily
Uszgnaldeutulddenisiduuianiidneaenisdawiuraaiafaudnisenadeinisilauuned
antRveanudu Nano crystallinity 33nszuiun1sndouilauuis SnO, Nisunuiazeainaii
Tlanduuranddnvazidugngudanuirauwnnisinlddssendlddudulnivesdufvlsey

geganiu loun nsiedeuiiduuisnieglausseaniame Pyrolysis technique

2.1.1 Wauunsdynaanlad (Tin Oxide Thin Films)
suneenledinlulanzeanludviamisifanmihlnihguasTusauas Taseas
Bardnfuuuu rutile structure [8] #an1wdi 2.1 Tneilan lattice constants a = b = 4.7374 A
way c= 31864 A  ozmeuvefyngndouseufgezaenveteendiaunniafdaiFeeiLuy
octahedral array Tuvaiziioznenvesendiaugndenseumeerasuvesiynauifdnizesianuy

planar array



Mwi 2.1 Tpssasiemendnvesiiynesnleniilassdsiewuy rutile [19]

A15199 2.1 audEnianiennvesiuean las [20]

Property Tin(IV)oxide

Molecular Formula

SnO,

Crystal structure

Tetragonal, rutile

Lattice constant [A]

a=0474 b=0.319

Space group

14
Dy,orEy I mmm

Oxidation states Sn4+, O2
Molar mass [g mol '] 150.70

Mohs hardness [-] 6.5
Boiling point [°c] 1800-1900
Melting point [°C] 1630
Density [g cm ] 6.85

Band gap [eV] 3.6-3.8
Electrical Resistivity [Q-cm] 2.0x10° - 6.0x10”
Transport type N
Common extrinsic n-type dopants Sb, F, Cl

d1m3u Sn0, AifieuudavSariideriunundinulisnn 3.6 eV Luuns wag 1u
anssithada n - Geaamihliiiiesuiiesnnesneuvesesndauinuiiing wie Oxysgen
deficient dsuanmiiluies SnO, uiansaunsavilvifsdudenslifudesn W Sb, F
w3e Cl audanianeninees Sno, Wusmssit 2.1 39l sno, fanmdunulnihaeudig
i Tssuaslugrumueaiuisazasviounadutisdurigm fiafosnwlivinufazenldie wae g

ALLTIABUTNE
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3 1

Hduunengulangeenladieldiniutanngunilsnfiandivainnaisegsiimnzuanis
unlUuszgndldlunisiauimalulageng 9 wu Tud a.m. 1983 Chopra wazamg [21]  lalwilu
awaulalunsdaasginlduunsiynoenled esanduianviavilsiifidanuthlnidout
gaudlussuaslughumueadiu war fanuadesdeasaiuazusamana AddgyIsnsdanses
Tduunsiynoenladdfuyuiideutnaii uay lidufivdeanmindon [13] Hduuriyneonles
gninluuszendldiumalulagnisinugunsalunludianinsiindsine 9 uinue efivu gunsal
M3IA9UNY T,mamé‘i’f—Jmﬁm?{ammawmamﬁawaehwaqi’a@ﬁi%’ﬁ'}LﬁuL%uL%aiﬁu (Lwu @0
3t iy whaRwdmanasusulaoonlas dawes vide wsuea [22) Seanautidnanail
eansanluussendnugUaelsaiuivanuls, waduasendindutinddon [23], Li-on battery [24]

N a a ¢ & o & v
N30 @IUITAILAUNSNU (energy storage) LUUAY

2.1.2 Ultrasonic Spray Pyrolysis
Ultrasonic spray pyrolysis (UPS) Junafianilsisensuiuindumaiinnly
wIssllofiugu 19aa1tsy SIunEInsaiNYLIAvs e uRIIADINITAFRUTENUIY way desie
NSYLILTLAUNITHEN [25] NITaamnunIenuAIesile aunsal uay wag a1snwy Juilsinignndi
P = a o aa o ca & Y A v v | |
WerTeuisuduisnisduaseiilduuienniessuunaesldssuugyuinie a1y RF
magnetron sputtering %38 Low-pressure chemical vapor deposition Imaé’qmmmaamuau
auvinazlassadreszavunluldannduneulunsdansieyt Spray pyrolysis uwmalinnisiadeu
Hanurslpansvinlasadu (precursor)  Feflanmidulaswesids vie vesunarlinareidu
. . A @ [y = a6 o Y] [y
8804 (nebulization) NflvwinveseynAdnsyaululasautiauly Tnedufadinludagiusessu (
= ao Ao q v S v & I = & o = ~
substrate ) F35NsNvIIaNsAutunaeiluareamsoanArIAEnsERuluATounTaUN Y
"y Y] a1 ] v o = v aaa & A o U 1A
pgmpiunane s wu nsldan nislianuseu wse msldnssualuin uiisnluneeusuiuing
UsednSnnunniign Ae n1sdumeaiuauddaniletin [25] Fa38niudn Ultrasonic Pyrolysis
waila USP 1 Huwmelianilsndndnnisiieatuimadia Chemical vapor deposition (CVD) W
wanFaiumsan mealla USP Jansassiu (Precursor) agluanuzveavan Tuvaueil wadla CVD a1s
gj Y I &Y = I3 a A [ gj a . [
Asruiianugilunia UPS  Julumatiniinaunaiundnn1s9e9ns imalla Spray  pyrolysis AU
wiatla CVD Wrlinauniu

2.1.2.1 Ultrasonic Nebulization and Aerosol Formation

wadia USP  Wuwedienldlaldadudaniladnlunisviliiauinze
a a4 ¥ a o g v S v [ = o I

Ml wadinthviliansaeiunatsaninanvesnanlulevsoazessiiivuinvesouninan
(aerosol) Tuszaululasauisszauunly Wendudaniludnanudugundoundinssunndinanai
[ = « o v v v s =
Juvaunad Werdundouiidrluludinas suniaaigludinaisaziinisidsuulasning
kUL IR UAIAYDIYUNANANTINITEALALYIINTVENEYI AN YIIAUALEIRAEY S
Anuduidudsmziuegiuanuivesrdy Tussnineiingiseudun adudaniletinazasne

Inseenianseneseorniadunigluiiievesveunaitu Weseniadindnvzldaiuisagandu
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wsuaneduldidesnasluresesiulugayinia waz aznanoaniinfiivesteanad
TuthsiiAnmsdavidetasiiAnmnudugs Usingnisailiiendn cavitation (Msa¥islnssennielag
nsltmauauigs) mmﬁu‘[,uszifmmmé’fuqaﬁﬁmqwszmm 2000 atm lagfinlesenimae
\ndeuiingnosnindemuEagedils 280 m/s g cavitation effect IdfimsAnunduafausnlag
Lord Rayleigh [26] Turimssuit 19 drdudumeunisiin aerosol anpausanladn wansfanimn
7122

ANUdTUS TEMI19IUIAYB 90N 1AAYEY (atomized droplet) D fuAIMIEIIARUES
Capillary waves A (Capillary waves g ﬂﬁumwmmawqﬁLﬁméﬁulﬁaﬂmﬂwaﬁmaumﬁﬂﬁa Fadenu

gmndutiosndt 2 cm dAnusirdueglugag 10-20 cm/s) iamduiudilulumuninuduiug -
D=0\
Wa o R ARV

A3 Kelvin’s Formula [27] Anue17Aaues capillary wave Sandulumumanudunus

13
87zy—|
A=
7
laed
Y flo wsshsivesvonnan (N/m)
2 1 3
p Ao Avuviwwduveweuwa  (kg/m)
f  Ae enudvemdu (MHz)

ANNFNUTIEINTInYeseuNIAluazeaiiuAudAaudans e tinlignAunulag RW.
Wood Way A. L. Loomis Tul 1927 dssennlul 1962 Lang [12] lavnn1snaassiiiadsns
AudLTUSIEMINWIATe YN A tuazeasiuaLivesrauTudulunuaun1saal

g 13
D =0.34 ><|: ”7}
of

droplet 2

Wi Duroplet PI® UUIAVBIBUNAIUAZDOS

O ®® P

AN 2.2 ERUTURDUNISNANDIDINIAIINANSNAAAUDANS Y UNLINNSTLENNNUTDIVD LAY [28]
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1913082 999999U8 A NNATULNALTBINNTAAUAURINLNVDIVDWNAT YINLMAANITAY
LoululuuinsE NIy 1AUURINTNY0RNa) Waru1akeuUaallagIne dinalinenves
YaamnaInfivuadnngaeanatnidminveseunadld smluiduvesrduiudutedeniing
o d' d’l’ a d' t:i di a I [ dll 1
F1UIUBYNIATINEABDNIINNUAT Tuvaziiaudvesadudsnluladendmananinunuives
barrier layer AMNMUN8ITUHYUIAL TUAIAINUATILIL FUIM LAY NAIIUVDS atomized
droplet (Barrier layer {Juusinvietuiiviinvasveanarnluanaliaunsafiniluneseinidls
(ultrasonic cavitation) Lesaniiusedawmieivluanasoutig)
A o P a & A A YY) A P A P A a )
Adudans el lunauNARIe1FufInandlunsAARUN NSIARDUNVBIARULNNAINATEY
Tawedluanavseezmonvesfiina19egsau 9 nauna agslsnmuluanavesveuvalfioginiu
a o . = & < & =% a 1 dll Ay v 1A |
AN Piezo actuator Faluveuds du szgnindauazldanunsanfouils uansseenng
panluanseesioning1d lulanavesvounalazaiuisainisuiluunegseuynauna aud
$U219INTRERBAMTREliliaNaUNAINaUNs0gAe8NINKSIBAMTEITEnIlIENala Na

U84 Barrier layer Nildon1sdawmileiseninaluanaiusesseaninini 2.3

<—?-\/\ /\?—\/\/\
i Q As the Distance From : ; é« iR § L@W
PV the Substrate Increases, W

é Each Molecule's Freedom

C T of Movement Increases
M- @@ \NV‘ AAB-AN
% Stationary Molecules
gf : >-

[ Attached to Substrate
» i WY —J\N‘— W —v’\N‘—
o~ Substrate =

auil 2.3 Tuanadlenduluianaigndadalituiuiingiusesiusasldaunsanioudle e
dwiuluanaililaegAniuiiuingiusesiuazideusenluandurisiy wavauise
dousanlulnaliunudluanatueglumuniaivinsesnaninuiaunay [29]

Cavitation
Bubble >
i Force From
Cavitation Bubble
Implosion

[
' o

Lower Frequency
Higher Frequency

y | Barrier Layer -« Qe

<

AW 2.4 audvesvastilinndusansluiniifinaderuinves atomized droplet uag AN
wuwes Barrier layer lednldunastniidnaduiinnuis awinveseseinimed
vurnlnguazazvgaoanuaniuiafendiufiganindeifiousunsdild
Lma'ﬁ’lLﬁmﬂ?{uﬁﬁmmﬁqmdw [16]
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v

Atomized droplet aziindulafsailoluianavesvaumaifoudlingsuiismeiazionvus

a

ussdamisrvesluanaseutns Fsiuveandsauinainunassuiinaduuazgnassoriumig
Tuanaflegsoutne dridsnuveseduiinad Wenuivesndudansladndaasiudnarili
AuMUYas Barrier layer ilFnanas Atomized droplet Miintuariisiuiuinniy usasilvung
nuagndanumnitlunsalldedudanileinanuiiiniy anudiiusseniteiivandives
atomized droplet waRFIn il 2.6

2.1.2.2 Ultrasonic Spray Pyrolysis Apparatus

SPUUNMTALATIERTANUISMemATla USP  F3Usznaume nI1umig
wasaaudanslafin (hich frequency ultrasonic transducer) %mwuagﬁuﬁwLLazagjé’m‘Iéﬁuaq
PIAUTIETATAIERIL (Precursor solution) @enslindleAinin ilendssuesadugnaluss
ansazanelnenunieianarsdioradui sxvhlfearsavarsdruninaneduazosiuesnain
HAantivedansazane (atomization of precursor solution) @re8IVOIEITAYANY (atomized
precursor droplet) azindaufioananuinussgansiingvetmuazindeuiineludgiusesiu lng
Sutuneuvesnsiasuulasdnuasues droplet  waRRININT 2.5 &390l precursor

[ (%
LYY [ Y 1

droplet gna¥duasiadeuiioonanimihuesansaransuasiiddutuneundn 1 fausnisin
S precursor droplet aunaneiduiiduunesail

1) n15a379 precursor droplet

2)  NIITERRNURIRYINazaiy (Evaporation of solvents)

3)  mswnsvadluanavessiigniavate (Diffusion of solutes)

4 mInumiuvedluanavesingnyinazate (Precipitation)

5  nsaangasAusznauvadluanadiuiy (Decomposition)

6) Densification

7)) NIANAANAIUUFIUTOISULAZIANNTZUIUNIINITNBSUFIVOINEN U

dlennisanavauaes precursor droplet Uuﬁuﬁwmgmiaﬁwmﬁ@ nucleation stage

siolu [1] uegdlsfmumndsannil Precursor droplets indpuiiingssuuthmuasniesazanaga

1%

aeiURIYRIg TS5 UTIU droplet ¥B4 precursor 8133zlallaagluguves solid particles isvun

v v
N v 1

allfWuegiuruinved precursor  droplet  1SUAU wag aaumnivesszuun1siing lag
ANNFuRusTENIeladenia 2 i fu JULUUTeY precursor droplet MIgANAYEANAIUUFIUTOITY
WAPIRININA 2.6

‘ Solvent . O o
@ evaporation o Decomposition @ Densification o .
—> L ‘ _—
. Precipitation ' . o
Precursor droplets Dry Particles Porous or Hollow particles Solid particles
a o . Y] a a Y a v
NINN 2.5 anuleYel Atomized precursor droplets #%18331NLAGDUNDDNNIIINATUUUNINUN
VDI TALAIUAIAY [8]
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Constant initial droplet size Decreasing initial droplet size

0060 oo

droplet

Qo ¢ -
‘ 0 Y o Precipitate

@ o
@ o Vapor
[ .
() . 25 powder
- >
Increasing Temperature Constant Temperature

(@) (b)
AW 2.6 (a) NaYDINNTYDITEUUNTUINT [11] uag (b) WaYBIUUIRN Atomized precursor
droplet Fudu [31] Addenisvefuivesiiduuugiusesiu lnsneuil atomized
droplet ¥ANawEg1UTOITU droplet flanmeivaedluvaonun 8 unsusanwd 2.5

Pnfinaniundnedu whild ssuvdmsunsdanseiildudsseneudnediudd 9 3 dw
paEnu A

- unadsiudandudansledn Sainiilunisiidaedy lnendsnunduay
silvansaranedaudailianavesiiyneanlsdussdusznouagdag
nawanmduazeeimiooyniavuiain Juienavestuuindniin
Atomized precursor droplet

- szuunstwi Atomized precursor droplet dieliAnnisima droplet
Tuggusesiu ludmvesmstmdl luusssuulivihnisiaseuaannlis
arufoulifudrunisiind ieidunisseinessdusznouiilaly
99AUTZNBU (decomposition) yosiduuseeanly noudl atomized
droplet aziinn1snesusmnataduiduusuugIusessy

- gﬂuﬁaﬁu( substrate ) %ﬁ%gﬂaﬂﬁ’jﬂﬂu Pyrolysis reactor w&a91ndl
droplet #ign decomposition u&9zANAzaNAIULgIUTETULBIING
nszvaunIMaiafidusioly wilunsdissuulildvhnsindaalfna
Youldfidruninimiiu grusesivasgnliianufeudmilniioidunis
decomposition droplet ﬁmﬂmﬁg’luﬁaﬁu

2.1.2.3 Kinetic of ultrasonic spray pyrolysis process

UsP Humedinfindsiideldindunaiafilindnnisvesnisanazaule
\Wawadl (Chemical Vapor Deposition, CVD) — W# a’ﬁé‘jﬂﬁum%ﬁ?uagﬂuamummmm TailauAa
UPS 3ufiumaiaiinaunanundnnisvesii weila Spray pyrolysis AU mada CVD wWnlisedy
T,@wé’amaﬁmiazmaé’?&é]’ugﬂﬁﬂﬁlﬁuazaaqu,mﬂéf’;aaﬂm61”.;aﬂ?{uﬁam%ﬁisﬁﬁﬂLLazgmLﬁ”aﬁ'}ww
1M1 Precursor droplets mﬂaauuﬁuﬁwaagmiaﬁu wfituneuiidmiudeiu 2 funeu e
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Nucleation stage and Growth stage M9@®I7URDUINAADENURYDINANUI VUABUVDINITNDF
@ a s a I3 X a Y] a X Y A oA a X v
Wullduuisiyneenleduuiiuiiisessuazisuvu lnendeainiinssuaunisniinduldvane

NILUIUNTT LWU N15ATULUN (condensation) N15AATU (adsorption) N15uaRean (desorption)

a a

nswnslumunuRvsaunsdnglanuRy auvihlnAanisiiedetuvesiuneanles uay dindetu
1 ::gl’ v} LY} < a) ¢ 1 1 ::‘l’cé 6 o -:l'v £ [ a
wiadaziaudaunateduilduuisiely nsruiunisivariduilsndundudeuivaumgives
R IAS9aiear0sAUTENaUVRINURL TIUMI8nI1NTUINT precursor droplets &eilAuagiu
ns1nslraldnareanvaaiaiIng FlndnnsiauReanu Chemical vapor deposition (CVD)

process WAAIFINING 2.7 1nmnAtiANITEILATIZRdaNUNMBImALA USP 9u1av09 nuclei Tuoy

Y

Ly

futade 2 egeieiuAe YWIAYes atomized droplet Wag 9aNIVRIFINTEITY AUFUNUS

EN

fananuanaddlunmd 2.6

MawanTidsduiivensuiuiiluin msmuaunszvIunsiAnindletudaduaniuy
Budunoufiveianndeludundnuasiiduusesiyneenledlufigaiu faruduiuslasnsede
lAs9asNENNTHUS (polycrystalline film) AUIATBLNTU (grain size) MABAIUNTAAINTITEAU
wlu sedvlalasuasedunaniasluddefidy fuilnalasnssdeantfnisilvfiuazaudfiduas
Tuds Tadaadauardnuagiuivesiduuns

ndrnFuaanszuunstiadiodu 9ntu nuclei awdoy 1 1n1zngw uay TINFAY Ay

[

a Id | [ l-dy Id = = 1= a (YY) = [ =
Aalunguieulng@uaunareilundn kdnazversvualngyduauinnisvuiuiuninsoutd1eds
a < . . Y 1 a @ a6 1 al < dy a [l

\Aawdu grain boundaries wag venadnslUauinduidusofionduiowen Anunuiuiulunig
Wndaededu azdudmimuuannunuigaiing au1nedeedndn aualnans n1sdafnu
g1uses Anudugnuvesian war Anuseuvesiidy lnevaluuds anunuiwiuvesindiedugs
gihliruavewanilvuiaaniuseauuilu [32] AnuduRussenIseuiuILiuesindiedu

v < =2 [ =
AUVUIAUDILUANANLLAAIANNINS 2.8

. Atom

Precursor transport R Ligand

Byproduct transport

Atomized droplet

R\ .) R reactions

A — V+

= g B

'

R Adsorption I
:§
. é’&
- Adsorption ISH
Decomposition
MR reactions Nucleation
RE=@ — > R

VR R>.<R—>v +‘—>&

Heated substrate

AN 2.7 Tuspuniswasusidu nuclei [33]
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lusgdvegnauvsaluiananszuiunsianisiafieduasiieatesiuusngnisalsialuil

- PERBNVSOLUANALATOUNIN YUNURIVDIFIUTOIAZLAA

NIYATUUUNURN

a

- ¥RaUVIBlULANATIQNAAYURIANEADBNAINTURT ¥30819

Wansuwslusuiuianzsuwnsitnluluilovesgiuses wse
21UAANITTINAIN AL UDEADUBUUUNUE?

[

- dlenavihulummmuuiuvesespouvEeluanaiigngadu
vuiuiagINNTu way iansTudaturesazmensoutg
dAndunguazmeu (cluster)

- nduezneundenguuasluianasialaiuvioidnasiuiy
wdesangamesiulawing dnsinsgaduainaniusing
uay Nsunsaniiuiaseudng

- lovnevesngueraenilAnfewineingd (critical size) g
Weannziatesduneslulauniind wag a1u1saveneda

soluliseslietoznonlnignaaduidiin

#899Induan nucleation stage 92131141g Growth process Falutumourasnisnesusy
nuclei ThiAaduduvesiduunstiu Fsluvazinesusiududuvesiduunsd aunsaifin nucleation
stage lAinae 136n17 renucleation process AInM¥ 2.8 TnegunuuvainisHesufmvuJutuilay

a

UN 1138138n971 Growth mode awilagaieiu 3 viua Ao

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

®  Stranski - Krastonov : Layer plus island growth

Grain size

«+— Seeds

(@) | Substrate

Continuous
renucleation

(b) | Substrate |

MWN 2.8 ANUEILINYRERINsAnTadedy Wedaunuiwluvesiwiuidindlogeas
deravilivunaveunsulvunalvg (a) anuvuiwiudes (b) mnuruiiugs [34]
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nsWesuivesiduaragiulvulatuiuogiu  wettability wesluanafiaziedouasuu
5150950 B9 wettability dauduiuslaensafu surface energy Yoz uTosuRduins i
surface tension vadlulang Tnefauiiinnisnesusaluluun Frank-van-der-Merwe (“layer-by-
layen) l#thu grusesiuasdioaiilassmanfiauysaiuuy way Fdufagyinisugnimsasiinsdnces
fveternouLAEiugIuTessy duerlasumtulufiavturessefuosmey Tasazdoufnaany
amaaiw’jmszmumsﬁL?im%’aaﬁ'wﬁﬁ%msuaﬂmLaqaﬁgﬂ@@%’uuuﬁuﬁaé’wﬁum (adsorbate-
adsorbate interaction) Ny Ug‘jﬁ%miw’jwﬂuLaqaﬁgﬂ@m%’uﬁuﬁuﬁa (adsorbate-surface
interaction) #answesusvesilduselnun Frank-van-der-Merwe foindunsdlgaund

d1115U Stranski-Krastonov mode GulvuanisesuivesiiduuisiiiAatuldide
adsorbate-surface interaction §lFu1nndn adsorbate-adsorbate interaction Gsaziintufivewio
surface energy %aﬂﬁ’uﬂaﬁﬁﬂgﬂwa waz Tnua Volmer-Weber mode awiintuldiile adsorbate-
adsorbate interaction #A111NN31 adsorbate-surface interaction N1sWesNFIvasWaNlUAN YL

UAATWHB9N surface tension seninalulanafzgnaaduiliAuInLae surface energy ¥8d

v
A a

wuidAligenntdn lnuavesnisugnilay [35] W 3 Tnuauanasannd 2.9 Fsnsiadeuiiduung
Tanzoonlafasuugiusasiudemaia USP i Growth mode azogflulyiun Volmer — Weber
Sutuneudaus Nucleation stage AUDY Growth stage s?faLﬁmﬁuuuﬁuﬁwaagmim%’uﬁm’m
FulUlgTaziAetuiannd 2.10

000000 0000 000 000000 OOO Q 000

2 Bh g
000000 SR ooodtih, S55

Frank-van der Merwe Stranski-Krastanov Volmer-Weber

A 2.9 sUkuuesmsinflduuugiusessuliedaieiu 3 Tuua  (a) Frank-van-der-Merwe

mode, (b) Stranski-Krastanow mode tag (c) Volmer-Weber mode [35]
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e ||MNIWW|] [ |m

(a) (b) (0) (e) ()

A 2.10 - msvlesusvesilanunsluluun Volmer-Weber growth mode Suannluanagnge
FUUUNULRILAZLAA nucleation state steps (a) #&39INUU nucleation LAABLNILIN

AU (impingement) (b) 155U (coalescence) (c) way lunaninnisweasy
v & as = Y I3 . . a s o Y
Atdunanu1sgIpnatanwuelu columnar  thickening (d) %159 WasuaILAIL
anwgtdu polycrystalline thickening (e) [36]

2.1.3 Growth mechanism
ASunIEUIUNIINISAATIENUI SN0, TR aerosol spray  pyrolysis
technique azLﬁmsﬁuT,é’é’aaﬁaﬁUszﬂau 4 gdueenu laun 1. Precursor droplet 7id sn Ju
peRUsENEvRgMIY 2. unasTLinveterneteandiau 3. uwiadmn uay 4. fuResgIuTessy
Tnedunoudausinisiiiin Precursor droplet waggnuudsvidogniwidngszuumstmiausn
nsEnuvuguTes suluiigaiinvdenefusaunareduilduuns sno, ﬁ%umauagiwma%umu

1% [y & A 14 [ a S a s N o dy
peiy IngtuneuiingwesiunseuIunsnsiaduiauune deell

. Bulk transport towards the surface
. (Possible) gas phase reactions
. Mass transport towards the surface

. Adsorption at the surface

. Reaction at the surface
. Oxide formation

1

2

3

aq

5. Diffusion of adsorbents at the surface

6

7

8. Desorption of gaseous reaction products
9

. Bulk transport from the surface

A5EUIUNTNIANTANUDY SNO, UUFIUTBTUNI 9 drvuduneudulumudsning 2.11
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(1) Bulk transport

(9) Bulk transport

>
C®
: S
(2) (Possible) gas » e R
phase reactions ‘
Qo

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

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

SnoO,

S

substrate
AN 2.11 TuRBUNISAATELUI SNO, UNsIUTBISU [37]

d 93U Aerosol spray pyrolysis H&UUN SNO, ILARIINAITATHUAILEITAIAU Stannic

[

chloride pentahydrate (SnCly.5H,0) g dulumuaunisnianad [38] mif

SnCl, +H,0 —> SnO, + 4HCl

wiogslshAnuin1smseuian SnO, wain formation of SnO, phase Bg1afd Awil
eyl U sl Amslaiduauiy ansthlaihees Sno, thin film 1AatwiesaInms
goydedndiuniaail v3e \in nonstoichiometric Tfufe azdeafin SnO phase #ae Fedamarili
LAM oxygen vacancy %uﬁaa 198 chemical reaction 7tAn SnO Phase Lﬂuﬁﬂﬁ

1 1 1
25nCl, +4H,0 —> SN0, + SN0 + THCL+—0, + —Cl, +—H, +e
2 2 2

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

Ime defect reaction 91 formation of oxygen vacancy @ansaiiadula Wuluauaunismanad

e
=De

Sn + 20 —> Sn+ 2V, + de'HCL+ O, (9)

) = a5 s = Y a s o = !
PRUU ATAIBUAANUIN SNO, UONANAEH SNO, phase wan Wanuwdsazdl SnO, (Vi) e,

Anduluiiefauais e x  Av dndaunvinliiiAn nonstoichiometry Vi fia doubly  ionized

14 a o o .
oxygen vacancy Wag e. e didnnseudmsu charge neutrality

2x
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2.1.4 Supercapacitor

\Wuiinsrufuidn Fufuvuszqesifvasaundanulilusvesaunluiainly
vaugiuunmeiiAvaraundsnulilugundsnued Tuvagidudvlssqdaendugunsalindide
T Aanansodnifundanulihiifinramunuremdanulwihunnidifulsyquuusssuan
wagdremdsnuldinniuunined fufuuszadsaldannsolinauununinedudidud i
WatosinesEmisuuAmoIwasiAUUsEUUUSTINA Aevaussaudenslunslindnunas
fdsuivainuaty wu M dugunsaidrseslidmiviaiedldlnin gunsnintieaiud
(memory) Auinndsuliihanewaduasofinduasndsnuay uonainideindiiiu
gunsallaRuaslvusaluiauuuleuia (hybrid electric vehicles, HEVs) dadunisldausandiu
sprhaadosudildihifuiazemosinihiiduiadousouumae uwnmeiaelvitnudniy
nstssuaziAvavaumdanulusaziusn (regeneration braking) Wfin1sAawIsakazvSILUALADS
s 1mafgihliegmslinuuasssavsnmueauunineianas waztileliuunimeitmaagane
lughedy 9 dmfumsisaiiessnssnduliuunmessualvgninfirasasdudnsunisldanund

Mlrszuudimdniudulag sy

(<)
—/

Polarizing
Collector Electrode Collector

Separator

GDT

® o

/
3

4+ ++

oJololoJoJolo
0

DD DDD DD
|

+ Electric Double Layers
| o

O

awil 2.12 Tassadeinluvessniiuuseqiaenauuy EDLC [12)

sufuuszgiienntadugunsaiinifundsnulnindsufatomaniidu fegdetu 2
wuu leun Electric/electrochemical double layer capacitor (EDLC) wag Pseudocapacitor 1ag
ArusnansvasiaLiuUsrgBeiniaesniing iatuidosinnszuiunisuaznalnlunafuie
avauuszqlinelu fufulszaBaenuuy double-layer capacitance Hu Uszquianilnzazay

'
1

agivalififsessesenitatalniduansdianinglad uasusequllansetuavavanogluans

Y

ddntnslad fdnmit 2.12 lnevlvudrfasmanilddudalnihAeesueu dauarsddninsladens

[ = o\ v
\Ju aqueous %38 non-aqueous NA
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Charged Species: lons
2 9 8% 99 % 52898 e

Current Collector

Mwi 2.13 Tpssasnenaluvesiaiulszgdeeinuuu Pseudocapacitor [39]

dmsuduAuUszqBeeaniuu Pseudocapacitor  azaunzaLiuuszqlintaluiilasende
redox reactions N3zUIUNIIUIENAlNNTIEeloulszqlnsedeUisemnanll (Faradic charge
transfer) #3eNfe Faradic reaction fn il 2.13 lneawiinTuegesinisavuianiinvestalih

[

Jafufiunves¥e Pseudo-capacitor Tae redox reactions fitindutdunvudeundulsla

(Irreversible  process) viefiFunfiuin electrosorption  process %ﬂLﬁwﬂismumiﬂﬁamﬁu
lopounieluanafieanainuasavanedibninsladlivufithwesialwily Fsdammanaduild
Auagausadndsenhafintimesdalwihiuasazane

ffulszqdeaniiissnuauiedagiuutmusiavesialii 18y 3 Ussan fe
activated carbon [40, 41], metal oxide [6, 7] WLa¥ electronically conducting polymer [42, 43]
(fhLﬁ“u‘d'izﬁﬁﬂmmﬁﬁ%ﬂWﬁﬁg’ﬂWﬂwﬁm electronically conducting polymer mmzﬁﬁﬁagiu%u
3o Ffuusyabeendiddalifindu activated carbon lésumsiaunmndian esnilsaign
finuq (capacitance)  gauaziongnisldauduen Uszqlninadnazgninifiuiisesseszning
activated carbon iU SLﬁﬂIwﬂaﬁLLUU%u@: (activated carbon/electrolyte double layer
interface) Tnellsifl faradaic reactions WAnTuszmistalwihiuamsBidnnslad Sseannismda
uarRaviavesiumaeIdel faradaic reactions iRatuvlFTaninisudsuutadasadadand
iy WAy lead dioxide lUiflu lead sulfate waziUdsu lead metal lUidu lead sulfate Tun1s
fav1§areuUnnoTUUY lead-acid

dmsuiufiulseaBuendddalniidu metal oxide axliidsnugs doannaif
azamssaﬂmﬁmﬁuﬁy’mw electrochemical double layer uag Faradic reactions lngfdnuog
mavazauUszgiidaliihuansianind 2.14 Tnefineeidden dufuuseaeaniiadalndini
NNTduU19wes RUO, sglvndanuuarauggs udesainauduiiv Jelaifuiden Tuvaed
SN0, thuflsAreude ndauazadslaie susliduiafiviedunndon druansdidninslad

Id A v v
919101 aqueous %39 non-aqueous LG
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Solvated
cations

Polarized
solvent
molecules

Collector

Specifically
adsorbed ions
(redox ions)

+ + H+++++++ o+

== Separator

(| Inner Helmholtz plane

i 2.14  Tpssadeiluvesiaiuuszadeannddalnfviunainlanzesnlyd uinanis
dyauUs¥viawuu electrochemical double layer Uag Faradic reactions 39
Iyidlinaugge [12]

'
a

GT%LﬁU‘thzﬁfJﬂEn@ (supercapacitor, ultracapacitor #3® electrochemical capacitor) Ju
N

gunsalfniAundsuluihinudefiveanunimednannsafuinndsnulfunnuassuiuuse
annsndeidanuligdutianadu q dilisety fufulssiengnitaunduiensuauss
mméfaqmﬂumsﬁhslﬁflé'qmuqﬂmmLamg’u q WU n1svuds (saeudlauin) wdeddlni
guUnsalnsuNnduazgunsaimanismm suuunan og1dlsfin auautRveswiiulszqdein
(AMUTUIRIUNEIULAZAIAY naanIuean1stiau) Gnduseslsulddiaenndaatuaiiy
éfaqmsqmauﬁ’aﬁqﬁumumﬂ%maa"l\mmL%’g NANUGIER (Enad) UBEAIRSUGIFRA (P VB
é}’aLﬁuﬂizﬁg?jaaamﬁm Er=(QV)/2 gz P, =V /(4R) muadu (e C FaA1AINgUBIRILAY
Uszq U Aedndlnithwesiuiulszg uas R Aeanudumiunely (total  equivalent series
resistance, ESR) ﬁuaﬂﬁ’;Lﬁuﬂizﬁg
TnevheaaudmsgisuiiunisidemaifuuuuresiaufivssqBeeniifdalnihvhaniidy
uiyneanlediléddunsesituluiesufoinns3te Tnefiduusiiyneanlafazgniadouasuu
giusesiuiivwehiludalnit iy wiegfidey vie Tansaumuaa laswaddufvusyabenn
fifialnivihaniidunsiiynoenleduansiamd 2,15 Usznetsedalaihvhainusiuegdiden
visolavzausuiaaunaiigniadeuseilduunsiynesnlusiillassainasesiuulu fuen (separator)
\Jutan Polytetra fluoroethylene (PTFE) membrane 7islgngu uaz ansdidninslasivanzan
wadazgnuiinge gasket Mnzay FemsdifumsaiisduuouresiufiuUszgdaniiedny
antAlunafvdssgiualdsiiunsaislulenasumnzaudaly
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Electrolyte

3 g

£ o

e} Pl

A k3]

- (]

o 2

v

()

S ()

o ©

< =t

= <

(@]

Separator

Nanostructured L Gasket
SnO, Thin Film

a 2/ v ® a z:l' 1% = z:l' o
AINN 2.15 Iﬂiﬂﬁi?ﬂ%@ﬂﬂ’)Lf‘l‘U‘UiSQENEJ’WW]?\]SﬁiN‘TJULWE]V]']ﬂ’]iVmﬁE]‘U



unfi 3
FBn13aniiueulde
msdniunidelulasinig “msdunseiiduusiyneenludiilasamdnsefuulude
wiatla Ultrasonic Spray Pyrolysis (USP) Lﬁaﬂisqﬂm“l%ﬁlu%ﬂw%ﬁm%’uﬁaLﬁwisaﬁamm” 1]
wuseanilu 2 979 Maedu Ae FreusnidunsAunsoonRUULALES 19TEUUANSHUATIEATIAY
U9 way Frsiaeadunisdiiunisdanseiilduunadsssuuilainnisadatusiuianisngas

InszrauRveilduuimseuniaUulsssuume liaunsadunseiianlvllandalaniudeanis

3.1 NMIPNUUULATIAILITEUUNSHUATIRINANUIAUNBanlYafIe USP

sruunsduasiiidudemeia USP filivhnisasdtulsyneutiuig undeinin
pdudansludn (Ultrasonic  transducer)  ¥iuthadaazeasmuenvesansaraneniy
(Atomization of Precursor solution) 181393z UL @S ULNWIUTOVUES Precursor droplets
Tiimnasggrusesiu luunssuuldinsindananlinufeulifudumesiotiwnil tevhms
sumgasdUsznouildlvesdusznovvesiiduuiseantd fouflaziAnnisrlesufinatailuiiduung
vugusessu dwdussuuitlilivhindweaaslinnudeuliusnuduesietimdu fazvhms
Andauamaliianudeulitususesiundoniuszuumunuenmgivesgiusesiu ddluemadeils
onld38nsil sruunsduesziiiduusiilivhnisaiatulunuidedfdilasehadulymuds

TaRzhnsUAINA 3.1

Gas outlet

Solution Reservoir

Glass tube /

transporting Aerosol

Glass pyrolysis

chamber \

e )
N\
Substrate Pressurized ;
) ) Mist
nitrogen gas inlet
Heater

L,

/'

Ceramic insulator Volumatic flow control | ___— Precursor solution

/ n
Glass solution container ;
‘ 4«/ Coupling water
Glass Water container ——» — Ultrasonic transducer

2NN 3.1 lAaginSUYBITEUUNISALATIZUANU1E SNO, Aamadla USP M13¢¥inn1sa519du
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wiasiilinedusaniiledinaud 1.7 MHz wgnanslld Precursor solution container
wazeanlBluhiiseiunnudn 4 - 5 mm mnvdnnisadsazesendie Aausadleinfiseau
arwAniianifnnisdsnundinureseduediediussaniamgean uasiidnaduddnihilunig
vinlansavanesadu (Precursor solution) Unsdunansan mduazeasmuen (Precursor solution
droplet) aﬁazma&u’aﬁuwgﬂmiﬂﬁu Precursor solution container %Q’J'Na‘aqjmﬁaﬂ’sﬁ’l 3
anwauztiuriauia d1udrmiesiualsves Solution  container %gm%@mial,%’ﬁu Solution
Reservoir  ¢eviauiI @aumm 6 mm  Uinnisesnwsd Solution Reservoir  H11a2Ua-1Un
a1sazanslu Reservoir azgailaliluadilulu Solution container Lle3nwnsedvvesansazans
Tanlaisninszsunie uenaniimeduuuwes Solution container Safivosmadiuialulnsiau
mmu%qwé 99.99% Fsazgndniiunanelu Solution container uazgnAAUANSMTINT VA
Volumatic flow control  ufabulnsiaudl shuiiuniaimilagazihmnazesmuenvos
msazaw&gaé]’uiﬁl,ﬂ?iauﬁLﬁihgiviaﬁ']m

visrhwufavianainviewdifidnwaeurisldaguda U TneUanesunilweowiedmiiay
gnseiBeudniusmuues Solution container Yanednduvesetimnazgnaeiiniusudises
Pyrolysis chamber Ing Precursor solution droplet %Qﬂﬁuﬁ’wLLﬁ"ﬁﬁ’lW’ﬂﬁLﬂﬁlauﬁL%"lgjﬁ/iaﬁ’m’]
LLazLﬁ'am?{auﬁL%ﬁ Pyrolysis chamber %mmagamLLazmﬁauawugmiaa%’ﬁJ Pyrolysis chamber
Fnanuts  Sdnvasiulaunseuvatadn Yaneidaaes Pyolysis chamber i axifiutos
msvenvesfanaznandnvetUAtenaiififntuneluszun srusesfunfeudisunaaliai
Souargnindalimelu Pyrolysis chamber gaumnfivesgiusasiuazgnauAude PID control 4n
wnaalinudougnindadifuauiuesin ssuundountstuBatudausing q ddeddnuas
ANUWUURINING 3.2

Gas Exhaust Transport Tube

N, Gas Inlet (Carrier Gas)

Glass Water Container

Heater with PID Control

P % cay ¢ 14 a A o a P o b4
AN 3.2 SEUUNTAWATIZTANANUNMISNAUA UPS NNINT00NLUULALLIBULUUNDVIINITETNS
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3.2 MIN3BUFIUTBLSU ( substrate Preparation) dmsun1siadauiauug SO,

Wauue SnO, NdUATIZAUUAIE Spray Pyrolysis System #lavinn15a5193ua

gn

Y

LAFpUAIUUIUTEISULAD Faduuruui 2 sllaseiu fie Pyrex uay Quartz iuunuwiINda

% 2
VT 1 mm wag wnARLEiauig 25 X 25 mm

3.2.1 iAsaslianazaunsaldniun1svinANuEz awR LAY

1)
2)
3)
4)
5)
6)
7)

Ultrasonic Cleaner Bath (Branson model 2510)
DI Water

thendreany

Acetone (VWR 99.8%)

Methanol (VWR 98%)

Isopropanol (VWR 98%)

Beaker

3.2.2 TUABUNNTINANUHLDINFIUTBITU

NSTUIUNTIIANNELINFINTBITY TTURDUNITINANALDINAL

1)
2)
3)
4)
5)
6)

v

¥nsdnsdetnevianuazeaasulusiy
Sadetindusie Ultrasonic bath Wuan 15 undl
819778 Acetone ¢3¢ Ultrasonic bathe tHutian 15 w1l
a1918 Ethanol fae Ultrasonic bathe Wunan 15 w1
21908 Propanol aae Ultrasonic bathe Wunan 15 wi

Wwisgielulasiauanuuiansas

3.3 A15M383 Precursor Solution Waz N15adLATIZINANUIS SNO,

A15R9AU %30 Precursor  solution  MlGlunIsENASIEANANUNE SN0, Tundlddu

Sn0,.5H,0 @avggniateanenie Ethanol ellansiAliuastunaunIsesELeaLl

3.3.1 @156

1)
2)
3)

#iu (V) paslsa (SnCle.5H,0) (Sigma-Aldrich, 99.8%)
nsalalasAansn (HCL) wWutu 0.2 luans

NIUBa (VWR WUTUW 99.8%)

3.3.2 aunsainldlunismieuansazany

1)
2)

Youdingns (Plastic Spatula) 1 U
Dropper Tube 1 U
Pipette U3111915 2 ml 1 ou
Beaker US11%15 150 ml 2 Tu



5)
6)
7)
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VINUTIFET Uums 100 ml 1 Tu
m%q%"amammamﬁamga (0.0001g) 1 A3
Magnetic Stirrer (TOTO Model MS300HS) 1 1AFes

3.3.3  NISAS8NE15azane SnCl,.5H,0 AUt tudumnge

1)

2)
3)
4)

111 SNCl.5H,0 Aiminensng 9 avan8iu Ethanol Usuns 80 ml Tla
AAuudug 0.05, 0.1, 0.15, 0.2uag 0.3 Molar

111 Solution Tute 1) lunusae magnetic stirrer auldansazanvdla
WuATA HCL AUty 0.2 Molar Usims 4 ml

1 a = ¥ v 1 v} I @ Y v % [y}
AUAEAN 10 W (A1a1sazanessnaidalulandeslvaiusounu

a1savanefINaImERungin 50 °C auansazaaiinainula)

3.3.4 YUABUNSITITUTZUULNDNINISEWATISHNANUIS

1)

2)
3)

4)
5)

6)

7)

8)

9)

Aadaszuunsdunseilrladanmi 3.2 Tneviin1sane Glass  substrate
Tuusulsniusou

WA Precursor solution adlyu Reservoir

1Un1d3l Solution Inaidng Solution container lnglvidszAuminugs
994 Solution Tuszuiimunzay

a

T¥Anusouru substrate figaumgdl 300 °C Wuran 30 il
W&INTF U558 Ultrasonic transducer 19vine iievinlinAn
A¥eRIMNBNYBY solution nMelu Solution container
Wanauialvuialulaiaulvaiingseuuie Gas flow rate 0.05 Umin
WenazosdlovasasaratsieIoulilunnedeuuy substrate
lusgninanisugnilduunsazmeeinwisenues Precursor  solution
aelu Solution containeriﬁﬁizﬁumﬁ Q15¥AUVB Precursor solution

anas Alsinislanduiiely solution 31N Reservoir buaidng
container
dlavhnsdunsziiiduuinasaseusesliinisaunasdnglniidne
1Y Ultrasonic transducer Way wnalnanusou kadsad flow wid
Tulnsiausaludn 30 min

nasanuuidaulueu (Annealing Process)

3.4 nsInauURvasiauuIe (Thin Film Characterization)

ASHNAUDI process

::4' I = = a . . av ¥ oo =3

WaLJuNSANYINIUIEANSNINUBY Ultrasonic pyrolysis system Alavinnsasnsau
Al
Y

[

a ¥

'
a1

parameters  NinpanURveIHANUNY WauunlavinnsduasIgiazgn
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AasgautAnisuasiazmsliingag UV-Vis  spectroscopy  wag four-point  probe
measurement ApwWdudFULIA %ﬂLﬂu";ﬁmﬁLﬂ'ﬁ’lzﬁﬁﬁag:malu Surface Physics and Laser
Research Laboratory nma3uniland auzinenmans @ea. Wolduuneiildvinnisduaseidusien
Light Transmission waw ammiiluih Wufiuwelauds semnfiduunananifuazgnasatnanim
NufuazAumugie FE-SSEM  uasElement  composition ﬁﬁagﬂw’?\lémmﬁw EDX 1579
Anszarandulasmdndomaiia XRD savtargnnsaata Atomic-bonding structure  #ag
WwALA Raman Spectroscopy Wag Electronic structure Ay X-ray Photoelectron spectroscopy
uaﬂmﬂﬁlﬁﬂﬁﬁﬁmﬁmiwﬁ Electronic Transport properties ¢1¢ van der Pawn — Hall effect

Measurements

3.4.1 Field Emission Scanning Electron Microscopy (FE-SEM)
ANNALRY lateral structure W AUNLIVDIENUREN TALaT AN N
e FE-SEM amﬁgﬂwjﬁ Thai Microelectronic Center (TMEC) Thailand @ua3asiasanaduves
U Hitachi Model 4700 fidnwazidudsnind 3.3 sasin1sugnildu (Growth rate) aansnsn
Funamnldannaumnfiialdmadenadlflunisdueset  weneni FESEM  fuilléfinng
Aasadiuves Energy Dispersive X-ray spectroscopy 9nag 3svilianunningigiiosnisenau
vossmfitinarzduagluiefiay

. g ! 1

AN 3.3 NEIaNIIALBLENATEUKUUROUNIIATBIUTEN Hitachi §u 4700



30

mwﬁ 3.4 PHILIPS X’Pert-MPD XRD Diffractometer

3.4.2 X-ray Diffraction (XRD)
nsnsageua L dulasandn uag Phase  identify  wesilausinlaenis

AATIERAIN XRD Pattern Aldan X-ray diffractometer Fap3osiiniasizninnanilalunuise

(%

T0uresuTe PHILIPS Model X’Pert-MPD fdnwauzidusanmd 3.4 ndnfiussmauisaswaus
wasilla Xray R0 Cu Koy SA1AM81AAY 1.54056 A amé?qagiiﬁ AMAIAENS Az
Inenmans amdeguasvsnil InelIeuiiisu XRD patterns 7iialaiy JCPDs (Joint Committee
on Powder Diffraction Standard) Card file No. 21-1250

3.4.3 Micro-Raman Spectroscopy
UBNINIEWNTIATIZ Atomic-bonding  structure  UBIWAUUNNAIY
Micro-Raman spectroscopy  @utluuas NT-MDT INTEGRA spectra Faumasrinifinuasain lon-
Argon Laser AMMENARY 514.5 nm Adesfladinsesidena1ifinisogfi NaNoTECH Thailand
Science Park Khlong Luang District, Pathum Thani Fanmd 3.5

. e o’ - atl

AT 3.5 NT-MDT INTEGRA Micro-Raman spectra
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m‘wﬁ 3.6 X-ray photoemission spectroscopy

3.4.4 X-ray photoelectron spectroscopy, XPS
mMnTedidaussematia XPs  agvhlinsuantiEnaaiviadnunin
LasideUsina wadaianunsusuenautimaaiivesiiduursitsysuiuiialdegsdefu 1wy via
LAZIIUIUVDITINRIAUTENOU Taseasievnanil slinveiuse el squa oxidation state 84
oxney FeauTRmanidmalnonsiean nihlnfiwasaulusuamediduung wndasledinses
Fanamifuves USE Kratos Analytical Ltd Model AXIS Ultre DLD amﬁyj\‘iaéﬁ Thailand Center

of Excellence in Physics, Chiang Mai University Thailand fidnvausduiinng 3.6

3.4.5 Four-point Probe Method
anilnihvesilanunsaggnindie Four-point probe method Fans
Fe3annsildsndugeaimdeinsea i lrTuiiduue Sudumaiaiiléyins setup  Tuld
NuUAereURn15I98 Usenaume Constant Current Source U84 Keithley Model — 220
Programmable Supply, Digital Multimeter %83 Hewlett Packard model34401A uag
Signatone SP4-50045TRS four point probe head Fanmit 3.7

Al 3.7 Four-point probe technique
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3.4.6 van der Pauw Hall Effect Measurement
uenaniaudinslihvesiiduunsdgnanatadie van der Pauw Hall
Effect Measurement angldauiduauinusdivan 1 Tesla Lﬁaﬁ’lmim’gﬁﬁmLLazizqﬁjﬁmaﬂ
Wy anmanuasomslui sauianamuuiueavednde deisdnunzussiuia a1
Hundn siu 03dUsznouvassuazmnieiusefusening sn AU O duazdsmadesisann

[V

ARDILATAIIUNULUUUBININEVIIEU

3.4.7 UV-Vis Transmission Spectroscopy
NIASI9aRUANURNNGLERIY UV-Vis Transmission Spectroscopy tJumnaiia
famnsovhldneluesufuaiaulaviud Fanadaiaunsossyamumuuazesiussneuesildy
wvisldetnensn 9 ludosiu Futimnumnuazesiussneuvesiiduunsdsdiduius furnduinm
Fuasiuaunsadunildnndeyavendefifuinisdesiunamesiiduuntu
szuufilddvsu UV-Vis Transmission Spectroscopy tHuszuudilgvinnis setup Tu
meluviesufiinis Wudsnwd 3.8 Feiliaunsnviinnsieléviud seuufananussneuse
OcenOptics DH2000-BAL deuterium tungsten halogen light source Wag an OcenOptic
USB2000 spectrometer N3DUAE Optical Fiber maua‘mlmms’ma] aﬂuﬂUUiuLuuLLaummmma
%N15911 Optical constant (Complex index) SRR Optical energy bandgap Wag AMNRUIYDY
Wauung

AT 3.8 UV-Vis Transmission Spectroscopy Setup
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NANISANIUIIUNISIRY

mssduandseneldlasenis nanisendunudseiulssnaudae ssuunis:
Aauuresmewmaiia Ultrasonic Spray Pyrolysis System way Nuveiinannisda
szuuiildvinniseenuuuazadieiy esanmssudusululasinisisedlaviana
9ONWUUTTUUNTHLATIZIRAUUN 39 Process Parameters 784 Pyrolysis system
audRvesilduunsliegieiuvaty Parameter Ll Precursor solution concentration,
rate, substrate Temperature ‘J’Jm;ldﬂ Annealing temperature Fansesfinwdawar
Process Parameters wavuaitl@nanliludrediu Aflseaudivesiduunsmelunaiies
anunsovildianun magiuiiunisidealdidennares Precursor-solution concentrati
NSMANYI

4.1 53UUNSEUATIZUNANUN9AE Ultrasonic Spray Pyrolysis
SyUURlEIN15ad 19 uRIULUUIINATNG 3.2 STUUNSEUATIZRTENU1S
UPS #ivhniseenuuunasifounuuiionnnisass  fdnvasdudinndiosnmd 4.
Lma'w‘hLﬁﬂﬂﬁluﬁam%ﬂ%ﬁmwmuéwLLf"T’Jsuum’Lmyjﬁﬁﬁwaq mmﬁﬁwﬁ@ SNCly.5H,(
ATA1YAIYLETIUDA fﬂzgﬂfml*ﬁﬁmumaqLmdﬂﬁ%ﬁm?{u ansazany SnCle.5H,0  gf
aveomieniidnvuefinmil 4.3 azeewmendanany wie precursor droplets laew
pAudanlutinazgnasludsansazans iums capillary wave Tiinainuilugaudn

AN 4.1 ANENYTTUUNTEBATIETNANUNE SO, Mmemalia UPS Mlavinnisas



