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Abstract

Code of project : A8/2556
Project name : Dc bias voltage effects on the giant dielectric properties
of CaCusTigO4, ceramics prepared by polymer pyrolysis solution
method
Researcher name . Asst. Prof. Dr. Thanin Putjuso, Assoc. Prof. Dr. Ekaphan
Swatsithang Dr. Teerapon Yamwong Dr. Chanwit Boonchuay

and Mr.Sunan Nonglak

This research is prepared the CCTO powders by using the polymerpyrolysis
solution method. Microstructure and phase composition were characterized by
scanning electron microscopy (SEM) and X-ray diffraction (XRD). Study the electrical
properties as a function of temperature are in the range of -50 to 200 ‘C. Study the
influences of non-linear current voltage and dc bias voltage on the electrical properties
and grain boundary resistance.

The results'showed that the particles-of . nanometer powderof pure CCTO can be
prepared at low. temperatures; 800 and 850 ‘C."XRD result displays the main peaks of
CCTO without' impurities ‘phase for all powders and ceramics samples. Their sizes
ranged from 7-52 nm. Low- loss tangents (tanO~0.0438) and giant dielectric constants
(é~11,472) with temperature coefficients less than £15% in the temperature range of
~50-110 “C were observed in.ceramic samples- sintered at 1050 'C' for 6h (CCTO-2A).
Microstructure =and phase composition were characterized using. scanning electron
microscopy (SEM). and ' X-ray - diffraction” (XRD). ‘The non-linear *eoefficient () and
breakdown field (£p) values of CCTO 1A and CCTO-2A ceramics.were 12.00, 7.26 and
811.30, 1342.35, respectively.

Keyword: giant dielectric, Dielectric;loss-tangent, SEM, TEM, XRD.

E-mail Address : thanin.put@rmutr.ac.th
Period of Project 1 October 2012 - 30 September 2013
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nawwesinlslada ( (polymer pyrolysis solutlon method) kag ﬂﬂ‘lﬂﬂm\iam\iwu%mmmm
Fan CTTO MnIsulédremain ASIABIUUR839E0nd (X-rays diffraction) Lasndas
a;amiﬂuaLaﬂmamwuaaqmu (Transmission Electron Microscopy, TEM) LAaIAN®YI
AanaLBadnsy ndesganssAudlanAsauluudedansia (Scanning electron microscopy,
SEM) ﬁmanmiLiJ?a'sJuLL‘tJaaﬁuaﬁmmﬁimﬁLﬁﬂm’%ﬂLLazmuL'«aufﬁmiq@Lﬁaﬁuaﬁaoﬂuﬁmqmmﬁ
-50 fi9 200 eerwaldua Anwiaaulailudadu (Non-linear current voltage) 1314
NITUALAYAIIUANANY LarAnvnavesnuaednddounaunseuanse (Dc bias voltage)
sonmautilauewilndidnsinues anTinTeals

2. IgUILaAvadlATINIIIY

2.1 Wwisunatan CCTO Usaws Fotfansazaelndiueslnlsloda

2.2 Anwilassafsiiuguestsan CCTO fa wiadia XRD, TEM wagfnwinmee
ﬁuﬂwaqmmﬁa@ CCTO shewmailn SEM

2.3 Anwamavesnisiasunlasgungiain <50 fle 200 ssrwaldua seAnAsiilad
ANASN Waze tand

2.4 Anwmaraenrruasdnddeundunsenansisioailanauniladidnasnuazanu
Ui sanydelndianeinyesTaniiwieals

2.5 FnwinsaneaaliiiduBadussmingaimnsuauasannin1adng (-V curve) Tuag
AATORIINN CCTO 53AUTlLLINS

3. YBULUAYRILATINITIRY
3.1 Wi3thirian COTO U3andeeds asasaglndioflinslade
3.2 wunalBduTan CCTO Tiaamadl 800 way 850 @driwaldea (°O) lngldina 4

T (h)

3.3 ﬁﬂwﬂﬂiqa%’wﬁugmwmLﬁml,azmi’a@ CETO paemalla SEM, TEM way SEM
3.4 1wsudinian CCTOwazlNTn7gamal 1020 uaz 1050 °C/6h
3.5 Anwinanisdsuaiasiiladidnadn Anisgaide (tand) isuiuanuiuas
gaungd
3.6 Anwinanuliidudadu (Non-linear current voltge) Lagnav8IAIUA1IFNG
Jeundunszuanswenaantanidlniluian cCcTo



a [ [
4. dgrudni
nudeiilunuidenferdesiuinemans uasinalulad suudmavesgungiiill

[ [
o =2 =

HasaRuanTRnglnin feu Falidenudninneitosiunsidesll

fyanwal  aunune (ne) ANUNUY (DINgY)
Nufmhiausiuman The plate capacitor of area

z BulAudLTIgoU The complex impedance

Z AU IBURLAUD The real part of complex impedance
i AUIUNN NV IDNTIAUD The imaginary part of complex

impedance

B ﬂmmﬂ”mﬁﬂ?amﬁwaqmmqq The full width at half maximum
B, Aunafiesanileaan X-ray The widths from the observed X-ray
B mmﬂ%ﬂﬂﬁﬂéwﬁﬂmﬂmamﬁﬂ The width due to instrumental effects
C* AUNBINUTSTaU The complex capacitance

G, ANUNBINUALATY The grain capacitance
Co AN UAIUTOULN TU The grain boundary capacitance
(o mm%muqmmﬁmﬂ The vacuum capacitance

D YUIAKEAN The crystallite size
o' ITYLUNIERINTEUIY The d-spacing

E SR URTET The electric field

E. NAWIUNTZAY The activation energy

e* danngganluigedou The complex permittivity

g mpsiiladidnesn The dielectric constant

&" Ageydeladidngsn The dielectric loss

& mamwwammqmmﬂmﬂ The permittivity of free space

(88502%10. " F.cm ™)

d, AAANNUIVR IR DL The thickness of the sample

I nsgialnila The current

k AnpsTigasluaga The Boltzmann constant

(138%10_77/ K)

Rgb AMUAUN TLIBULNTU The grain boundary resistance

R, AUAIUNIULNTY The gain resistance

o AN WL The conductivity

a fuuseansanududadu The nonlinear coefficient

T gauniduysal Temperature (Kelvin)
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tano

Time
AVILLAUAN TGy

The dielectric loss tangent
L’Ja'lﬁLﬁﬂﬂ’ﬁDJ@‘Hﬂa’]El

The relaxation time

5. Uszlevinmaininazlasu

5.1 gk CCTO u3gvisim3easr ,L

i saranglndwesinlslada
5.2 Lﬁmaqﬁmm%ﬂumsﬁﬂmwa

wendnddoundunseuanswtoalaweunlad
\Enp3nvesian CCTO Mdensnyds msazanelnawosinlslada
5.3 1ussdenud lunsinwiideiiaiutanledidnaindumhsnuiiieades
5.4 thiauevidoRfiuianuidesiuumunei
AN

5.5 1Wun1sas1edeidesnnuniside luiuuminedys




NN 2

2550UNTSULATINUIBNLNEIVD

luunilldnanivssunssuwasaideiiieitesiudan CaCuTi O (CCTO) &s

Usgneudae fugtuieafulasiaisuaraniinisladidneinuestan CCTO Tunauusnuas
unnandelaniliiduiunindde cCTO Fss1vaziBenusznause anuiluiAeify
Tasaans esdUszneumaell navesnsl guvniiuazdadedug Addeautimiladidnain
sudureInsiidasitladidnadnfigauinyes CCTO TaufinaweIn1sLA3unsCCTO Tu
seduuluwnsiidwasiarasitladidansn (&) uazAmuaunisgayde (tans) dauiade
anheluuniaznanfinsussendlfnumestanlawouiledidnesn

1. anuiiugnuieaiulassaduazautamsladidnasnves CCTO
1.1 Annudwugunganulaseasnawes CCTO
Janeonludniilassadrsuuinasondlnd (perovskite structure) dalunguianidl

9
[

A1AanlaBiann3ngs Fadlanudrrgdiuednaunlunisustendldnududidnnselingd
lnssasalugrunfivesnasendlndidulasiasruuugnuiar (cubic structure) waziiansnig
\niirie AMO, Ipgillngesauuduluuas (coordination number) gaslaoauuan M uaz A fe

6 uay 12 pudwv-anslugnuiaiusenausaegunsudanii (octahedral) vea MO_uazdl

UUTENIN M-O-M aelusunsawanta Ao 180 B4f1 M5 03H5ENINa O-M-O Ao 90 B3
dlefinsasluguesiindaudawuiqlasasiifnuaiiulasiisves MO, fiteusioriudae

yuvegUnsUdanii MO _[1]

U @.#-2000 [1] nguvas Subramanian i@ nwaudanisladiann3nvesiannay
ACu.Ti O wasdds A CuTi O (ilie A#ig Ca, Cd, La, Sm, Dy; Yokay Bi) dadieliindu

nauiannilosausenevvadasiainsduiusivlastaiamesendlog nani1s@nwinuin Jan

Msaonguildulanifidsnfilagidnninaunn laenuiniag Gacu.Ti 0 (CCTO) Judani
)

pfo lnadlaleertaBanasnusEuans 12,000 MA7ud 1 kHz

finauaninialadiannsnii
1103814-300-29AMTRLT E(°C) 1ATIAT1IUUUGNUIAN YD

q
LarAINnaenYI9g Y I
Cacu Ti O dmillulaswadrefiflesdusenavduiusiulassaiuvumesendlndmly
Inseasneves CaTio, diauanslunmil 2-1 lnsoznenvewnaiden (Ca) oy o fuviwusas

yuvegnuiAn wardnuiltezmenegfigndudnatusliiiuseivernaudu melulassaing
gnunen Uszneudegunssudaniies Tio_ TnefidnuwamiBouazilulasweiieusiory



eorAaNYeteandlau (0) s duniusazyuvemsiuuant adneandnisiaszuiudu

& o o 2+

undmaendnsaves CuO, deuseulessutes Cu wavesnsidesas TiO, denanailild

yusEWIN Ti-O-Ti Bslagundfien 180 s 1WAz 141 aaen [1]

AN 2-1 LaAnSLATIAS19UD CarTio, FeUsEneumesUnssUaniives TiO, WauADUALE

FEUIUVDY CuO4 [13]

(B
T
=)
S
‘B
=
y =
=
Q Sl
[
_ J L & 1 . 1 L - L
20 R I 1~ 5009 B0 70 80

C 20 (degr‘ee)

Ml 2-2 wanssuwuumaidenunisdiendluianeslin CCTO (MnunsnuananIngny
WuRaTan CCTO meuwaiia SEM) [14]



Al 22 uansnanisAnunlaseaiisvesianesiiin CCTO MnTonlnyiBufazen
Yol d9 (Solid State Reaction, SSR) TaginaflAnis Bealuudediond (X-Ray
Diffractrometer, XRD) 1MnnmwuinsUutunsiasuudsdiendluanesiin CCTO aon
aonndesfudoyansgrunindsnvuiidiondlufanus CCTO waruadin CCTO Wutan
WwsEALUUMaIuRan (polycrystalline) ﬁﬁimm%wLwa'ﬁa‘V\Iéiﬂfﬁquqﬂmﬁﬁ (cubic
perovskite structure) [14] drunmunsalunind 2-2 uansdnvagiuiavesiagesiin
CCTO nuinnsuiidnwazfusudmasalaeivuininsuedouszunm 2-3 lulasing (um)
e faniedslulianufeuiiounall 750 ssmwaldea meldusseinimesneu ué
n3vaeusUuUUNsAsIULTdenduazinunsiuindnads wudilassadaves CCTO
WasuuwUas uarlinunsveneuuiaveansy (erain growth)

Tnovhlunguianiifiaasitladidnninuinndt 1,000 azuansandinameslsdidng
SnuuuUnd ieuansauimianeslsBidnsBauuniudnives Ansiiladidnsinvosnduiand
ﬁ@mauﬁaﬁaﬂénﬁﬁmL‘U?ﬁlamuﬂmmuqmmﬁLﬁua&mmﬂ FanavesnsiUAsunuasias
ndudnn3nAuguuaiinili Yagduideditalunisiiludssgndldom (15 dufuidie
nyvdeUNsasuares CCTO Iesainnsiasuuasgumgll dudunisnsnaevandd
maeslsdidnasn (muioufinavliannnisdeusumies T melunssudaniy
83 TiO)) Neuve3 [1] IvinnasAnwansasuulaslassainawes CCTO Tnomadanig

\deatuuilanseu (neutron powder diffraction) Mgyl -173.15 uag -198.15 9af1
waldd AILEMINANISNANBININATTIIN 1-1 Bawuda lidisaudslas Ustandinsiduus
Nnfululasiaiie CCTO wiiinavangunaiasd -198.15 3 TaLgyd

M19197 2-1 Uansan)sAnwlassasasvesian CCTO lngwatinnsdeuniinseaui
gaunnil -173.15 way, ~198.15 srutaided

suAzANEIiusEelule s e CCTO Tigamaiisnaiu
E =l o} ! o= =
yuszwsezaaly |\ 1504 A5/ 19838 dieado
O-Ti-O 89.420(3) (degree) 89:479(3) (degree)
O-TiO 90.580(3) (degree) 90:521(3) (degree)
O-Ti-O 180.000 (degree) 179.980(0) (degree)
0O-Cu-0O 95.46(4)-(degree) 95.39(4) (degree)
O-Cu-O 85.54(4) (degree) 84.61(4) (degree)
" s oz~ - =
ANLIINUGY %ﬁW -198.15 9ALwALG L
Ca-0 2.6024(7) (A) 2.6006(6) (A)
-0 1.9611(2) (A) 1.95890(2) (A)
Ca-0 1.9675(7) (A) 1.9642(6) (A)




pawUshar¥ie (Lattice 7.39347(3) (A ) 7.38246(3) (A)
parameter, a)

2. autAneladidnasnvasian CCTO

2.1 nswAsuuUassuianidladidnasnuasdan CCTO Wisufugamadl

iesanautfimaladidnain (Wu easiledidnen Aunuaudvesnisgydena
lpdidne3n (tand) anidusimupenuminzanvesianlndianasndmsunisussgnaldau
Tugusineg [16] fadun1sdneinavesnisddsuulamesdinilndidnasniloiiauu
gamgiiluansiin CCTO Fsflmusnluetneds Tnsvhlutagladidnasniidmasiladidn
panuUIILgunidaitutanilivnydmiunisussendldan dufunisdenldYagledidn
panifloUszAusifuiudunesgunsnididnnsedindissnduodnsdefiazdosiiaasiiladidn
p3nfefosrensudsuniaseumdll flianifidasiladidnsinuusmugungindiens
yhlisasinihiifgunsaifnanilifudndsznendsaudemeld (17

U A.6. 2000 NquYes Subramanian [1] leAnaudinialadiann3nvesian CCTO
ngamgiivieadis 450 ssAwalea nudrnnladidnninfiguvgivieaiafigain
szl 10 (a1 MH2) Kauandiinnd 2.3 9anammmuirdiladidnainudsana
sungiidntosludisgmumniiviesiia 250 osmwaldes uagiilofiansandn tand wuindian
tosnniigumnivesia 300 ssaraien usilogmmafigidu (Gnnd 300 ssriwaLioa)
A1 tand AzdATRNLInTuSwosnnaTeIn T Wi szhanssludeans (de
conductivity) [17] Immamaqmiﬁﬂ”l%lﬁmssﬁLLﬁmszmﬂg*’ﬁ'ﬂL%ummﬁaqmmﬁﬁmmﬂﬁu
LAz TiAAM

350000 4.0
® Relative permittivity L 3 -
r 1 Nl
300000 A tand :
= -4 3.0
= 250000 Iy
- &
£ :‘. 125
£ 200000} o 7o)
o AW =
[ A o 2.0
o, e (o]
o 150000} v -
= o 11.5
= »
— 100000}
é < 1 1.0
50000 10,5
0 — r — 1 0
0 100 200 300 400 500

Temperature ("C)

=] ' M a & a ' 3 = ad a
AMNN 2-3 LL?WNﬂ']ﬂ\‘ﬂ/llﬂ@Lﬁﬂ@iﬂLLa%V’nLLVI‘LJL‘\]‘LWWaﬁﬂqiiﬂmLﬁﬂﬂqﬂiﬂaLaﬂmiﬂ (tan8) VBN

[

fan CCTO Turasgamgd 25 s 450 C fimnwd 1 MHz [1]




sou U a.A. 2000 [18] nguued Ramirez ladnwinisidsuwdasansiiladidanasn
ludag CCTO Wawsuivaumvnil lngveneyisveguuiilunisdnuilungamgiinn Aean

a

v = ° o P P! A ad a 4o
amilviesanadiie -263 C Awandlund 4 (n) MnEanITaaeInuInAAsladLinnIng
gaunivievesian CCTO AA1lndlABdiuA19INII891UNNTITYVBINGHN Subramanian

N

S

i v = | a v = a © o
(2000) [1] LLa3l|ﬂ']ﬂ@u‘U']ﬂF’N‘Vlma@ﬂ%?ﬁ@m%ﬂﬂﬁaQaﬁaﬂlﬂﬂﬂam%ﬂmﬂﬁgmqm -173 C LLG‘]Lﬁ@

a

gauvgdeng -173 C amsiiladidnasniinnsanasodisdundu Tnofifigumgivssuna -

Y
o ! Al a & a ' ! ~ a & a a a v '
213 C Arpanladidnmsnanasuszunad 100 mwa@mmwl@maﬂmSﬂ‘mqmmwaa P390
ANAIVDIAIAINLABLANASNAINANNLADAAADIAUNITAALDANITINYDIATLNULIUAVDINTT
= a a [ al'
qzyl,asmwlﬂataﬂmﬂ AILEAILUNING 2-4 (1)

10000

w3 1000F

CaCu,T1,0,

10 F

tand

0.1}

0.01 i T AW arn. A0
= G =] 27
Temperature ('C) . .
ﬂ']WM 2-4 LLa@NﬂqﬁLUaHULLUaQWWN@mWﬂNsﬂaQ () AIPNNEABLANGTA. LhAE () ALLNULIUR

‘U@Qﬂ’]igfgLﬁEWl’Nlﬂ@Lﬁﬂﬁiﬂ ‘I/Iﬂ’)'lllﬂ 1 kHz IU’JEI@L‘IJi’mﬂ CCTO[18]

[
=

91N3169UN BV IABINGETINa1R T HaTULeT daaenladiannsnues CCTO

N

' v q‘ ' A © g 1 ) o A a
ﬂ@u%’]ﬂmﬁ/}ma@@%’mqmﬁgm -173 5\‘1 2oOC LLaS‘J,Jﬂ’]aG]aQ’eJUﬂﬂauwaqumﬁﬁ“uﬂimﬂm -

° 4 1% Y] a = A N = ©
173 C%Qa@ﬂﬂa@ﬂﬂUﬂqﬁLﬂ@El@ﬂﬂSJWWEWUﬂ'JWQGUUV]@mWﬂNUi ll']m -213 a4 193 CI‘U

]
a

dunsmlaunuaudvasn) sgaden slesdnesn %ﬁWQMﬂiiMV}LﬂW{Jumﬂaﬂu GLAEHI
quﬂiiwwﬂuﬂammLWaﬂiaLanmﬂ Lmiumwaqmsm@aamﬂimmﬂanuimmimm
wunsdsuudadlassaiisves CCTO wisliifinnsdsumaveslaseadne 3 mmamﬂm’m
uanAnsfuansAinaeslsdnanfiiniaasuuadasadenelutan Snviadieionsan
nsmanuduiusseninadnadiladidnainfugungll wuirdnwaryesnsiwlivauends
woAnssumaeslsdiannin
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2.2 navasanudseauAnisladidna3nvas CCTO ﬁqmwgﬁﬁhm

Tnoinluudrdasiladidnednvasiagnnuszianioumaiinailag azfldanauile
arivesauitliifuty esmnddianuisg niswanlsiwduvesTananunsaifnlded
amifﬁl,wiLﬁammﬁLﬁm%umwauauaamqiwaﬂim%’m ganas dawaliiannsiiladidnaind
Aanaufiorufifinty iearummnvaulumadenldianladidnaindmivdseivsdu
Judruvesgunsaididinnseind uduoersbeiifesiansatmavesnnuiuazgumgie
autfnaladidnesnuesiantndidnainaugiuly

U A6 2000 [18] nguves Ramirez W@Anwinavesgamnineansiiladidnain uag
Aunuaudvesnsgapdemsladidnainues CCTO Tudisnmisening 100 Hz i 1 MHz
fawanslunmil 2-5 (n) Mnammuenaifinaegnanndeniladidnsin (nesumied
mmﬁim%Léﬂm'%ﬂﬁmamaqaEiﬂaéfuwé’u%L?{auﬁ’lLmﬂﬂﬂﬁqmmﬁﬁqﬁmﬁammﬁLﬁu%ﬁu B
‘wqaﬂiﬁmﬁﬂﬂﬁﬂaﬁﬁﬁﬂaﬁ’UUsﬂﬂgﬂﬁﬂiﬁlﬁm%ﬂﬁaqﬁwmﬂL‘V\IaﬁiﬁLﬁﬂm%mmﬁuam%%
widlefansanioumaliganuiminasundasuesnsiiladidnainidnvuzunnd1eain
nAnssumsiuanises nsanaseesdunduvesrnsiiladidnainilamnidosainainnis
n3esveslalnalwiuagyitliiianszuiun1TnIsIRane Ty (relaxation process) d@aualvt
nsnauausslnailsieduanad

PNHaNANEINUI N AdeA NI URTINISdydeTdlaBiannin duandly
At 2-5 (3) Tutasannufiann 100 Hz &9 1 MHz W‘udﬂuLwiazmm?ﬁ%ﬂimgaammﬂmaa
AwnuauivesnsgadenitlnBianesn M3eseniieennimluesnisiuaniedu) waz
aonadpsfumsanates UNAuaEIAtilasinatn o Afsiusussann s
vosATunulaLATesnsdy deviasindianninagiaeulussiumisiuganmgiiigedu Tay
nofnssufandminfuddivdfnszuiuniainsuanetnio mingnnssdufeauiou
daunwd 2-5 (p) Wunmuanadadiiussgnaneaaem ©_Augangil o dumisusiae

gaansMveAUANATEINIsagdamelaBidinesn e @ vedudazeannsInannTam
o

Iandeyavasunuiaunvesnisgaiaenitslagidnasn amd 2-5 @) nsiasuuadedns
Wnves @ Hugamnlidunginssuisasiyannisiuasunaniaiteslsdidnainilosan
(¢}

AMUTBU
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tand

10
10°

~ 10 (@) - 1
= oF o 1
~ 10°F e 1
3 uof x4 1
121" 4 _’.. A T R e T N | :l
-273 -173 =73 27

Temperature ("C)
2wl 25 uanensminsdsuilasiugamgivasriailadidanasn (n) A1 unuausven

msgaydeneladiannsn (1) ke AED O -(A) 84 HWMLNEEANSINVBIATLVIUAUATEING
(]

gopdenialadianesn veadanwsndn CCTO luyasannd 100 Hz 69 1 MHz [18]

2.3 awnuasnsiidindiladianasngwas CCTO
JanviilassainuwuuinesendladipeusnAlenailadidnasnasinn Jeanansauusle
dosnausineiufe naudagueslsaiann3nwuuung 1 Pb(zr, T, (PZT) uag BaTio, uae

nauanosladlannIALUUILantges 1 PbMg 'No )0 (PMN), Pb(zn Nb )O
! d 1/3 2 13 1/3 2/3 3
(PZN), Pb(Sc "Ta )O_(PST) WAZ (Bi; SHTIO, Beiamiivdasnauilgniinuodaniunaiie

M3UszynalinumesuBiannseiing 1w DRAM (Dynamic Randem Access Memory) W
aglsinny JapnsEeananiddfinnnldsunlasrasiilndbaniiuvanmgiiduegiann 3
Juludedind wiunastsseneldan [17]
B YR ~ 4 3.5
Janeonlysnosendlnd CCTOVTuTEqaNAIAwlaBLanmsnTIgeunn (10 -10) wag

Ansiiladinasnulsaugungitesmntutisgungd -173 84 250 C [1, 15, 18] #ag
anautinsladidnainiiduaai vihlitag ccTo WWsuauauladuogsmnniislufumes
MsAnwagIuMTIneImaniuagiunsUszendldan dedumnmideasatiufng
msfienasitladidneiniigennluiancCTo uay viluenaiiladidnainisanasedredundud
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onunnfi1ng 1173 C iileflzneudniufinaniasldinsinuaudinisiiusieg ves
cCTO warludrnvesnanisinwianiinidladidnninldnuteyafiuraulaaesusznnsi
Rendestumsiumdmeusionan UsenasiisnieiingeansiivesAunuaudueanisgade
maladidnedn (il 2-0 (1) FednwasdandniladefunginssuiinuluTanmoslsdidng
SnuuuUnd wagdsennsiiaesiie nsideusiuviisensidsuulasmnaiiladidnainoeis
Fundunuanud (nmil 2-5 (n) T,maé’ﬂwmzé’qﬂé’mfﬂé’wﬁ’quﬁﬂsimﬁwﬂui’aﬂﬂizmw
wleslsdidnainuuuiuanives Ffuauufigiudousndmdunmsdumanuniwesnsiaiadi
ladidna3ndigsuinves CCTO Fageusadulufiaudimamaslsdidnadnuuuuniuas
wleslsdidnainuuuiuanives uwianuRgiudenanidosias iesananuanisfinung
Wasualassaiafesainanufeusemaianisdsnuuresinsou [1] waswadans
L?ﬁumt,uusuaﬂ%’a%l,aﬂsgmmLﬁﬁuga (high-resolution X-ray) [18] $4910013IMAABINUT
Tassa¥1awes CCTO Ssnadunuugnuaadiviioudunaylifinsdsuainiunaondas
paungfivasnismadevautinisladilnesn anmadsnaiausaustlé ccTo Lifiauda
Jutagueslsdiannin wazludiuvsanisnadevaudiniaeslsdidnasnuuuinanises
ansndudulddn ccTo lfinuauTidendniwuiy Weswnuanisfnuilaseaded
gauuQiieingg [1, 18] wudn lospuuinves Cu, Ca wag Ti Tulpssadedinsdnisesianiuegng
Wuseideu (no cation disorder) kazaadiiladidnasniudsuuasiugumgitosunni
gauvniigeq SensatudaruwgAnssuuuugi-lad (Curie-Weiss) flgamgiigaveamaslsdidns
SnuuUswaniees [19]

o
A v av

e laiurun didnadenatenguinwiruairfenanaudululaluniyusigg sgns
nharne dmsuaumnueinsiidiailadidnnsniigannvosian CCTO Tnemnngulsislud
aosUsvinulugq Moy Usyidunsn AsiinaInNae9s33LaA lusaLed (intrinsic physics
effects) Fadumianigatesiunisiassadunin il LLaxSmJizLﬁmjuﬁuﬁmamﬂ%m%wa
Aeuen (extiifisic effects) lun1aiinlasiasTinIIganIAfivse Aapd a1 N TUT
audRiduansivsnidy (semiconducting erain, SG) LAY DI TUR LIS I ULASEING
LU (grain boundary, G:B.) ﬁﬁiﬁ@ﬂé’ﬁEJﬁ'Udﬂm&fLuLﬁamiUizﬂaué’wﬁ’sLﬁ"uﬂiza;qusf?u
ystunely (nternalbarrertayer capaditor, IBLO) Ingiisuimtinidiudiininsauasfu
auuiituss i tinsu v iiuledidnesn anuasglasiasiimingniiialdily ccTo
wuuUvAERANLAY LOVkENAe Tnslunsdivadudnien GE MatuuTanveaung (twin
boundary) YenUIBERE (%) 20 4azdditadedus S @unisiinlnanlswduseniiega
(interfacial polarization) wasiansagy RfiU8dnlnse (21, 22]

2.3.1 NaUIsTIUYIRLUAILDY (intrinsic physics effects)
U .M. 2001 [15] nquves Homes lasigaiunisinenginssuiasauanielag

o . o - — o d
WBNASNBINANLAEA (single crystal) CCTO NYUNHUIIN -263 09 27 C kALAIIUNIN 20
Hz 84 1 MHz AauaadbunIng 2-6 ?c’iqwudﬂmmﬁimaﬁﬂm%ﬂﬁﬂ'wqmdﬂ CCTO kUUMAILNAN
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& 4 s 5 o s o
#151891ula8 Ramirez et al. (2000) [18] (~10) lagdiA1Usyann 10 (Mounniviesiagi

AY)
= A

Ade) Lwiwz]aﬂisuwml@%Lﬁﬂm%ﬂﬁé’ﬂwmzﬂé’wﬁ’uﬁwﬂu CCTO wuuUnangnan Aeinng
Bousunianisanated 19SUnduvesrInsiladidne3nuaseanns e nuausueIn1s
goudenaladianesn faenadosiunislasundaanud
WioliidlafiangAnssumaladidneinvesdniiens CCTO fiflapsiiladidnnsn
ﬁqqmﬂ IFinsUsdinnszuaunsmemaninlussuuiiniuiiesannavessssumanisiuan
wumULUUSIa09auAUTE (Debye model) Fudunsiuaneduiiosninlalnaluiingns
wazUsngessuininInaanImages fauandlunIng 2-6 (1) n1smeuaussianINd
vasladidnn3nannsaesuneladsaunisil (2-1) [15]

Pr(l+ior)

2-1
1+i(wr)’ >

E(w)=¢€,+
oy Pr=s,—¢,\ilo Pofio lalnaluwiud, &, Aodnasfilndidnainiianuige, ¢, Ao
Amafiladidnmasnfianuds, T Aaratvesnissuaniati waz o =27 f 9nn1sUsusuys
Tusuuassveanuielildngmnsstunsananuanisnaassdaanstunnd 2-7 (n) ¥ils
ANUTOMIA1VDINTTIRANYTU (relaxation time, T) ﬁqmmgﬁ@mq Igwauanslunnd 2-7
() mﬂmwwudﬂﬁammﬁﬁaqmﬂﬁﬂ‘%uaﬂLszjsffuslfi’j’nmazmﬁmL%a 7 <500ns Wavi3udas
m:umiamawaaammmmnmmm T fvaumgil g 2'mmamaaamﬁ’mLsamaam‘mu
WisannTy szmLﬂuaawmmmmsmmummmmmmumaalmiwalvxlﬂwLLawmmimmiwaﬂi
W UBE195790157 LLaxmﬂmwmwammﬂmnanumuwsammmmmwawmﬂimumi
\Answaniedu (activation energy, U) lafsaunsi (2:2)

=7, exp(kiT) (2-2)

B
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=% AL AL LI I I B RN BN S B B B B B B B BN B R

10°L
10°k :
ok ]
10° 3
l —O— 20 Hz
10°k —8— 200 Hz
E O 2k
8 —i— 20 kHz
(v) —— 200 kHz
- —A— | MH:z
6 —
to =
& 1
[
2 -
i . h
0 Xad

-273 =223 -173-. -123/ -73
Temperature (°C)

A 2-6 uanIN1sUABULUa UM TivesAslABIANA3N (M) Way ALNUALAYEINTS
goydennsladidnesn () vosmdnves CCTO Tugasaand 20 Hz §9 1 MHz [15]

o k AoAIPNNlUATLU (Bolzmann constant) LAY T A9 pre-exponential factor wazaIN

HANTNABBINUINNANIUATEAUN AR wANITUTANIINY 54 meV
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10°E
X} C
10°E
2
10
EEERTIT | L1 a sl 2o pauanl Lo sasaul T |
10’ 10° 10° 10° 10° 10°
B Frequency (Hz)
10 IIIl|lIrl|llll[lllf|‘l‘_ltl|lll
10-:_ ‘ﬁ. i
B 107F " [0 mac=s00ns |-
N’ s ™ _"-" W To=l3ps
210 O T82u8
7;£ 10'5_ (m) D.."- u 't,m=l40ps -
- " . A T =16ms
107 e T 10
10'F e N R U YN A G 111

0.0 0.5 1.0 1.5 2.0 2.5
100/T (K1)

= = P ' S A=Y 2P Y} °
2NN 2-7 (1) wanen1sdSeuLigumAslaBiinAsNANNNaMINaeT (I7) AukuudIaDIves
WUY (HUTY) NOUVNLAZANNARINT kA (¥) NIMIERIAITUENRLSITZNIN log (T) fiu

100/T [15]

TnsaM AN INgAnIsIarauTAvslaBlana3A1ee CCTO NANAEY NaNves
Homes (2001¥{15] IsausiTnastansilnaianaInTigninnesiag CCTO Anlaysssud
vosiTanios lneBaslaumiosinnisimginssufindetuwadnssumisiuaniees wash
gampfislalnalwiirlulanissestuiluuasnismevaussiosumliiiineusniinisanida
N ﬁﬂﬁﬂi’]ﬂgLﬁiu‘l?ﬂIUﬂ’ﬁLﬁu%u%@%’sﬁﬁ‘u@ﬂﬂ’]ﬁ&ﬂﬂL“UijJu WaZATaNAI8E 1T UNAUVDY
Ansiiladidnninilogavglansing esnslsisau asTidannsansamunsUasundag
Tassaisvosndn silidelaussingaibigaseduaziiadanwdinuuiluniseduiefisaing
yosmsiirasiiladidnainiiganntuian €CTO

nguwes Subramanian (2000) [1] Ifaueiinisiiaasiiladidnaingsiigaues
CCTO Tungardan ACuTi O fanmaidesnnlassaduniglundn Tagld@nwinnuduius

@

1 wa a a [y i o ' ,4+ [y
seinsautineledianasnuae CCTO AunsaausLnusvetlensu Ti wWsuisuiuyan

9
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' o ' _4+ = v '
LW@ﬁi@Lgﬂﬂiﬂ BaTi03 NUINITAUNINSVBIAWSAUS Ti Tw CCTO Tanuanunsnsteaninly

BaTiO, danalimnudululalunsdsumanianeslsdidnmnsnide1nnisidaudinnug

a4+
VB Ti anay

2.3.2 waLllesandninanieuen (extrinsic effects)
WuiinsiuAuirianeenlysifivszneuse TiO uaz (Ca, Sr, BaITio, \uTan

q

aurufausaanan a1 uliinlalngnisandtwiuesndaululaseasne feegnagu

v d' Ay A 12 ! ) v
anmsunuliihes BaTio, ; figauugisiesiiAiusznas 10 Cd.cm wianewdsainly

Y = a o v )
ATINIDUND UL 1,300 C ﬂ']EJSLG]ﬂ’J']ﬂJ@u‘UiTEJ']ﬂ']ﬂSUEN 5% H2/95% N2 (OOZOSB) GEAMN)

fuvuazanatagnunlaediaUszam 10 Q.cm LLasmﬁé’Usj”’mmﬁmﬂﬁﬁ%ma@ﬂ%wﬁu
Tutaniesniin Tnenislinufougemeldanususiinitnuduusseniauaz Soula
wangaudug aunsamieniliiatuesauiuuisg pufinthuetandogavdoinm
LIYBUATENINUNTULABUINMAgUBNYBIAazINTUlY lATtasianiganindnyue
FananailiFundn IBLC (intemal barrier layer capacitor) fannsillassadianisganiauae
fuavirlianasiilndidnpinvesantidngaann [20) ffudsdanudululdiaadilagidnssn
figunnyes CCTO enailaallosainnsiielassaiievniganiauuy IBLC uiduiimsuiu
finludagtuiifvusziivseRvgaintanesiinifilaseadamnaganiauuy IBLC finulu
viosnannildwlngadnainiasiesidniiusenausae (B, SHTO, Fadutagesiinild
nsruuNIduATIZTgseIndUdeutagnatetunon Redosdtasieiiionmgiiay wasd
AuALUITEINAR N BnTdesrUAuNIINITRaN BluE afa AN s laousne
dieasstuauiusswiiunsy 91 siuileRsandeqaiud eannduldlfues CCTO flay
filaseadauyy IBLC Aauttaiulldeanuan

e .nduues Sinclair (2002) [20] Ietauedn fanandulylfan ccTo 938
Tassa$rameganaanuy BLE InpldRnwianiminliilanagaug i fanelunsuues
YOULYA TN AN TUVEY CCTO IR RasIta TIenaewmAatnd diikaudaiuninsalnd
(impedance spectroscopy) nannsiased fie Iuuusiaewemsaslniifivsenoudie
2995 RC Wuuvmanidaazinazaroriuwuuounsy salanstin il 7 lasyausnunudiy
vounsuiiiuasfwhiiiazgairesunudiurestuauiutShnsuinss sy 1nua
nsnnaeyfiguuniivas) wudh ntnsatlstldr O Butanwainiifinisnouausinis

Iniaosdrusieiu fe druvennsunffatAluaisiedani (p ~ 62 Qcm uaz € < 250
g g

1 . % = |
pFem ) UazgaIuTastuauIu(UsINI LRSI NI (P~ 4.5 MQem wag € 2.2
8 S
1 y

nFem ) Mndeyavesaninsnumulnihansamuwnmanimdiliiivesnsu (0 ) wasdu
S

auausEnitunsu (0 ) kavamnsaAuidmdsunszgunissuanisdulaannns
S
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o ' -1 o -1 = Kl 1% v .
ANUENRLSTENI1N log(G(Sem ) fiu 1000/T (K ) FanudnAmasunseiuvansu (erain)

E (G ) uazwouinsu (grain boundary) E (G ) Aty 0.08 wag 0.60 Bidnasauliad (eV)
a g a M

ANUEIPU FILAAILUAINA 2-8 ANFILINBY E (O ) @amrdasnuatinulualsnedivilnm,
a S

walnasodlngd (semiconducting titanate perovskites) Lt Li-BaTiO, LLazmﬂ’nmﬂWﬁWﬁ'

o P P - IR v oW
gaunil -169 C vaansu (C) Aeuseanad 9 pF/cm (€ ~ 110) Faluaiiisuminduianin
8 8

NLusLneTONALNFNgNAUe Wy CaTiO,, CdCu Ti O wag Bi CuTiO
: 3 3 4 12 2/3 3 4 12

R, R,
B €. ] €L [

11 11

11 11

AR 2-8 Lrunmuanssasinsi il dunuaninliiivesnsu (R, C) uazvaulnsu (Rey,
Cg) Tudan CCTO

0

13,90 r
- Grain E = 0.08 eV
2. 4
<] Grain Boundary E, = 0.60 ¢V
iL
> 1A

_8 a i

2 4 6 3 10

1000/T (K 5

o v o F 1 -1 o -1
AMNY 2-9 LAAINIINAIIRENNUTIL 19 Llog(O(S.cm ) AU 1000/T (K ) [20]

) & A o w ) | v P a & a o P
A ntudledriandegrslumnlvininuieudnaseiigamgil 1000 C aels
USLINIA N2wudwamwéfmmulvﬂﬂmqLﬂiulmﬂﬁaul,maq wRANINAUN UL D 9T

auwusEnIuNTulcanaIniuun nedidussann 7 kQ.cm Raamgivies) audinig
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lihiiseiussniretagiedisiiwlueiniauazussernia N Snailioananuiinmud

iafureseondiaululassaireeniniduaseild nsidanainfAzeroendindu
Tusgminsdumeunisanguvgd fwasiilfaumuivesiuauiuseniansuanas 19] wa
éfma'nﬁlﬂudauﬁﬁflﬁ’@asm?J'ﬂuﬂmﬁmhmﬁlﬂ%lﬁﬂm%ﬂsum CCTO ilesanillaseadne
ynagamALUY IBLC Ky CCTO Fududhognsasnmiunmesendlndilannsnduasesd
TiAnlassas1awuy IBLC 1{51@18%1461@14@8’; (one-step internal barrier layer capacitor)
MNMsAnAIMAUeINITRatuauILsEn sy nuihiinnandullldly
n5ifia IBLC flaaensal Ao ag1ausniindnmsgaideveseandiauuazdnadaiinainn1si
UffsenfueendiauriliAnlutunaumaiiaes 23] mnnsfinuaudimaladidnasnves

= 4 L A a o T 4 4 aw dé .
CCTO Wankmganuan ﬂqﬂﬂ%bL@@LgﬂGﬁﬂ@Jﬂ']?‘jx‘iﬂﬂ 8x 10 7 QWMQ&JM@QLL@%@’N@JQW‘IWN 20

kHz [15] 91nqadenanilosdsmaliifadniuiinumnie cCTO faasiladidnainiigs
dosnan BLC 93eudoli uardrisnAatuldiodnsls annsfnuilassadiandnifeives
CCTO FrvmadianIsideaiuuresianseunazddiond (neutron and X-ray diffraction)
wuhlassasandngnueneenidugy Tnganelundnusgnoulufoduresveuiung (twin
boundary layer) Miagszwiregussmieiag saudnslunnd 2-9 msmmamﬂamawawu
Ffanandidufuuinmees Cutilesanaudinidladidneinyes CCTO Tufusnsdiuves
cu/Ca Tulnssasaduegasann (1] dahldiruiululidtuilegszninduomnemsads
waviliAnlassaiieadte BLC Tundnues CCTO Muanvnyilvinanifeaves CCTO
Aasiiladidnainitgaman

Twin boundary

ANA 2-10 LAASLATIATINANAEITDY CCTO MUTENBULUAIEYUYRIuaURanglunEn
e [21]

Tunisfinwnfiemanngvesnisiianasiiladidna3nfigeuinaes CCTO vy
auuRgIuvesdvisnanieusn wenmilennnsAnyiluizesveinsilasiaiimiganiawuy
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IBLC wé leins@nunluudsmdue iledusunsildinsiladidnasndiganinaes CCTO 91dl
awnailesnndvwanieuen lilldiAnanssmwdludiies wazanmsdnwivengsise
sin9e) nudeesiilndidnasnues CCTO dalufurinuasisnnnssutdidninsasuienia
vuvestanietne lilddeaguinmsimasiladidnainiigaues CCTO 1nanAstwanls
Ui (interfacial polarization) s¥ni43LEnInsafUTand8E19 niefiRaveavaULYn
seinansu laglaesurelumeuves Maxwell-Wager relaxation [13, 14, 21] w@denuindl
Padudue finaderasiiladidnasnues CCTO iy AUINTBUNTURAT AUV YD LRI
fifuszriansu [22) navesnszurunseRenTagus CCTO [24]

2.4 navasrdanazisnismssuddnlnsanazaunuivesdagfiognsroauli
miladidnasnvas CCTO

MnMsAnwseLsesTneBlEnnIaiuRanthve s¥anLws1iin CCTO nuiiAnsilled
nesnues CCTO Tufurianagiinswsendadidning lneYasesiiin CCTO fiiunisly

Y d' a © Y o a °
Awseudigamgll 750 C Wuna 8 Halue melfussernia N_uazBianinsahanlans

wnniitdu (Pt azlvienasfiladdnasauiniiagn Wewfieuiu CCTO NfiEnsnseudianinas
wuudug fauanslunmd 10 wamsnaaesninandiludrunisiiaduayuiinisiiainiled

& S = Y o X
Anesniigeunnues CCTO Miduanmmiatanladenigusn wazaInkan15nAaadfanail
a1u13nesusUsngnisaiitistulalneauuigiunsiiafuwednduuudenfd (Schottky
barriers) 55%3198tanINFALAZAMUINDY CCTO21] Tuilndiusesrassnielani1ves

CCTO Avudianlnsaldalursaiindussonanuudenasls (s 1nanind1uniulniag
v = 8 1 U v v dl a
Aamtdnvey CCIO Afgeunn (1:2'x 10 Qicm) Lagaenasannnisiinnuseunigumvgd

0 1Y) £ i v a Y
750 C L{‘]uma'] 8 GU'JIlN ﬂ']EJImUiiEﬂﬂ']ﬂ N2 WU’JWﬁﬂWWWWUWWUVLWﬁ']GU@QN'ﬂﬁuqllﬂﬁlaﬂax‘]

TnefenUsyaiara1 x 10 €.cm ferauasnisanasosanmindumlii duwalisosse
SEMIARIMINTOL.CCTO fuBidnunsaiattiusesontudonndls lelaveiliUssivg
518nInsaiH i dudin Gwork function) Tianges IneflsrduaiiouiuLas unanfiduiia
4.21 uae 5.36 eV nddiu 3slunsaisendnisessesyiaauimitufuinihves CCTO #
fan mduniulniea flepiadanisndndwuudonndldinnnitsessassniiaduiu
Awthwes CCTO daalvidinsilaB@nesnuos €CTO Aifiunnfichdudidnivsadiaiunnnin

a

d ol { a a i 1 v p 4 { o
diawisuiu cCTO TfGwludidningn Tunsdl CCTO filunisliauiouiiguugll 750

Y
{

Wuan 16 alus meldussennia O wudan ndrunulniivesiuiia CCTO fAnaauin

Y

4.3 x 10° Q.cm) dwaliaasiladidnasnvas CCTO NASASwSeuTIBEN NIRRT U]
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ArnInseseuidninsauuudug dWeawinsessessnineintiines CCTO Audidnlnsad
Temainsesseuuufenadlstoniian

uaN9NTudINGUU8s Lunkenheimer (2004) [21] Ssnuitnramuivesianiiogig
Tuvaznaaouautinsladidnainlatinadorasiiladidnsinvesian CCTO Fuandluami
11 Ingfimnudsanasiiladidnsdnvesiagiedrauferiuilofimnumunnaninaziiaasd
ldidnesnganiniieTagsegnagndaliiungas Mnuanimmnaesdananianusadusuléi
Ansiiladidnainiigannves CCTO Lilldfianmailosandvinaludies uidunalilesan
dyBwaannieuen Aonsilassadiauy BLC waznsinanlsisduiifnnihuesiansiedig

U a

fudianivsn savisesrusznaunaeiiiiantivesianiotng

a (M)
v (v)
e (A)
¥ (W)

T T -
3

10° 10 10* 10° 10
Frequency (Hz)

il 2-11 mawasuidasiupiudvesasasiladiinasnues CCTO. fliaamniivios lng
dianlnsn vanlave Wagdonsiaasnimaisnu (n) Swalnsavnainniaku (silver paint) (1)

'
[ a a

a { b % o ™) %
Faou1din CCTO Anunslieusousiaavgd 750 C (Wuia 8 ¥aluy meldusseinie

a ° a @ a {1 £ (9 a a o
N, wardLanlsnyiann1IRY (/) Tagwsafin CCTO Munslimauseuiaamall 750 C

Junan 8 Falud angldusseanaa N, wazdrantnsavhainlansuwafidn (1) Jagwsfin

a o Y .:4' a 0 1Y) v
CCTO VlN’]‘umﬂ%ﬂ’J”m‘i@uqum%gu 750 C Lﬁulﬂa’] 16 EUPJINQ ﬂ”IEJGL@ UITYINA 02 LAy

Sraninsavinanlanguuyniig [14]
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&r

Log, , [Frequency /Hz]

Al 2-12 uansnsidsuutasenasilndidnsinveafisuiuanuifianuvuiuandieiu
YeeTanLuI1dn CCTO [21]

2.5 navasvinansusoauUAnisladidnasnludag CCTO

nsfnwamvesnsiiAAledidnainiigsnnues CCTO Tnpenduasufgiued
nsiAnlassasamaganiakuy 1BLC InesiiuannsAnin melulassaiieuszneusoinsud
fansinsilihfidussiduaunduegsenihansuimihidestunsitlwihseniansu
dawalvirnsiladidnainues CCTO Tariigen MrARR a1 YuIAveLNTULaY
arumunvestuauuiaulefefiinaranladidneEn uagannsAnunuiuaounsy
fnarenasiladidna3nues CCTO fauandlunanil 212 9nn1svaaeanuidiasiladidn
p3NT0s CCTO SR lumunTsiuIuInTednIu KansAaasInaniaonndosiu
ATelngnguueaJha (2003) [25] Bswuaraadnladianasnves CCTO Afvuiangy 1
Lm SiFusgan 3,000 dazaenadosfuinuadevenas Sinclair (2002) [20] Gewuindnnei
la8iEna3nues CCTO fifiuuianai s tm fiatuseatal 9,000 Wnenan1svaaewianund
nanandannsnifudeativayuannuusaesaas BLC TuniseSuisawnvaansdaias
ladidna3niigmnnues CCTO
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10° .10 10°
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AWl 2-13 uansAnnsfiladidnainaesianieadin CCTO AfvunmnsuwAneeiu (n) ¥un
WNIUL3 = 0.4Um (V) VUIRLNTU 1.2 £ 0.41m (A) VUINLNTU 4.1 + 1.8 Um [26]

AT 2-14 wanan g JefiuAavesaaesaiin CCTO MTuImLNTY 1.2 + 0.4 Um (n)

VWIANTY 1.3 + 0.4 U (V) 4ag [ Fuininam-d1i« ‘1.'8‘u‘m (m) [26]

2.6 NAYBINTZUIUNTSIASEUARANTURANGlABIANAINYDY CCTO

nIrUIUNISIATEN (processing) Fodnluitugiuuasfuduneuiiianuddgdu
061989 lunmsfinwinemansauivianmans uandulladeiifinadeautfvestaglusu
a9 ilednsmmaiauagiinziaudAvesiaguafintnasininideuloaass1ededa
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nszUIUMEWEENEND FadunsAnwaudimdladidneinuesTasesiin CCTO fedmaves
nszuunswsendudnnilaladefidenudfyuasiinadeandfinisladidnnin anseeu
nsfnwnaeanatsdiiiiun nuidasiiladidnainues CCTO andnifeinazuanendn
satafidauns fdnoglugag 478 — 300,000 [1, 15, 18, 20] 3MNF18UNTITETELNTT
w3pnTag CCTO dnlviginiouanisuiAsevesuds (Solid state Reaction ) Tagldfansds
Fuildfe CaCO, (99.98%), CuO (99.5%) uae TiO_ (99.5%)

2.6.1 Maw3euian CCTO MeIsufAseuuuvesuds (Solid state Reaction)
31N5181UNTITeNIINITWTeNTaR CCTO diulngw3suanisuiisen
o (Solid state Reaction ) lnglddnsasduiildfe Caco_ (99.98%), CuO (99.5%) uaz

TiO, (99.5%) fapehaidungues Pan (2005) [24] Winsenianusniin CCTO ne3sn1svi

aaa @

Ufsenanuzvauds uazlafnunareInssuIunsnseuianniway lagesiindeaudins
lpdidnesnuas CCTO TagldAnyinates imefiapne vesnisnauashasiu gamgiilunisiun
whaled gaumgilun1swikdnaaivesnswnin waznavenislinuseuLiiandiogig
gnafiluussennimeninau (argon annealing) SALAIANYIHATDITLININTULALAIIY
muntusoanailndidnain Inefanuafidounisuaaletasinluuelias Bendnads (Heu
nstugluarmsdaasigiagesiiin) welilsvuineyniafiaziBeadmivl fuugenis
WnUfNTeN

Yanuisaualafwioulsigmirlutugulagnissadasauduuuuunuieny
LHUNAULEUNIUANENATS 13 Sadtuns Waglinnndmul 1.5 Jaduns 5’aﬁgﬁsimmisﬁugﬂgﬂ

=) ] a B B & = Y a A
Uil Tuyasenvad 990 + 1,100 Clagldiaan 3 - 16 lud lnewdendaniesniing

wndinflgamad 1100 Cviuaaar3 Flualunessiudusunsudisunanisnaes
31NNAN1NAAss nUMaNTANITlaanasnvesTanws iin CCTO JuunszUIuNTLATEN
\JuegranathefiinsurndadsudnisisasengdngsungladdnnsnAonisiinninu
unnsesnelulnsy (intermal defects) 1flasannsURRANTaARILUY attrition milling 7Y
WUl UANTUALINAIIAITUNRABAS AU AR THUTTITUAT 's'mﬁy’qmﬂmwﬁﬂﬁqmmﬁqaLLas
natuu tnedageniee waniinarendsalninielunsulide @nnisinauunnses
meluinsu denabiaiaileddnnsndATiuNINTuRse Honams wnnuduiudsyning
AUIAVDUNTULALA TN UL LUAIRTLABIEATSA WU IR NS ULaL AL
natosinnidlodisufiuni9Benudawasinnsiladidneaae2a]
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_ 200 pm |

AWl 2-15 mwmaﬁuﬁwaﬁﬁqmﬁﬁﬂ CCTO frmmsinndnd 1,100 C
(M Fanusadin MPL-3 (A IMUNSNIAATEALMULVBNNTUTLIAAN)
(v)TanLsIin AMI=3
(R) Jeuesdn AM1-16
(1) @atesfin AM2-3[24]

v v gj d‘ =" o 6
Mendannnsiianfegalduibinauseudnnsifionmgi 1,000 C luussenieensneu
Wuan 6 1lue wasthumedauautaniskaddnasanuln e ladidnasnues CCTO 3

\ = 6 4 a v 5} i
ﬂ"lL‘WﬂJ?‘JNﬂ\? 10 NYUNHUIBN @QLL?{@QIUJY]WW 2-15
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1800000 18
=100 Hz —8—1 LHz —d— 10 kHz 1

~—%- 100 kHz ~#— 100 Hz tand —8—1 kHz tand
1500000t =t 10 kHz tand =—4— 100 kHz tand

12000007

Er

900000

600000t

300000

-60 -40 -20 0 20 40 60 80 100

Temperature ("C)

a

Al 2-16 Mavdsuudasivanngiivesmaiiladidnainuazaunuiaudvesnisgade

<

o v v al a o P
n1aladiann3n 993 CCTO nrgudnaslianusoufigamgll 1,000 C aeldussainie
913nou 1Wuwan 6 9alua [24]

nrendsannisdndandaesidluenliaigdeusnads iWodutieses
Tassadsnes CCTO fematia XRD wuiilifinsdeulasiaiwielunumafnduve s
fapauarlsinunisBeunyasnaiagnamuii %‘ﬂﬁgﬂé’ﬂwmzé’mgmeuaﬁa@Lszjswﬁﬂé’fﬂm
fdnwatwan Inensifiuduesmunvesrnsiledidnninetaiianiug desannsiiuiy
vosenanwhinineluinsudsdsnalpenssdanisfindusasdinsitlad dnedn Inonis
diutuvosmasiiladidnssnludnsnefnaniidlimsgudenaladidnnsnues cCTO fd
inTunnsse [24]

3. msUszendidudagladildnasnisadin

Yaqloadranminvisoauuluiaglirlniamedldraaidaumiulaiiigann 9n
anautFugdsnanivililedidnasnueingminnldaldenss feviuthiiiutan
Hostunsivariuasnszudlwily wonantudiledidnnindduianiianmnsninuss ug
Hugunsaiftugrun ernysoindididny miu faiulsry JaeduiuUsyafinunusiesmann
yhluansnsautseanisviateaiin SﬁuaQjﬁU’g‘jUﬁNLLaz‘fUﬁijNa’l’im%ﬁﬂﬁaLéﬂ@ﬁﬂ Fadnm
@11/\1171’1%&@1’3Lﬁ*u*disamﬂﬁuﬁm%%uﬁ’uﬁﬂmﬁLﬁﬂ@%ﬂmaﬁa@ﬁﬁwmﬂszﬁwﬁ ety fuiu
Usgquuulesifinnaueineg fauandunmmit 217
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Class 1

Class 11

Class 111

boundary layer

multilayer capacitor

| ! I ~2pm ——
100 pm N _l. L=

20 ... 50 pm

mat.: | paraelectric ferroelectric mat. ferroelectric mat. type 1 or

materials based on BaTiO, doped BaTiO, type 2

€ 20 ... 200 1000 ... 16000 € = 10° as type 1 or 2

tand [0,2..5103 10 ... 20-103 20 ... 50-103 as type 1or2

Cc 1pF..1nF 02..22nF 10 ...100 nF 10 pF ...10 nF (type 1)
1nF ... 1 pF (type 2)

P Otgy *+ Oligp Otg) *+ Olign * Olgy Otgy + Otigp * Oty + Ol | Oy + o (+ 0tg)

*polarization mechanism

il 2:17 SAuUsEuuUfinngueie [19]

A15197 2-2 Uszansnansendigusning (volumetric efficiency) uaznasuildneniie
USunmsvasdunuuszquliagnge

- st Uszanaandanshe5ines | waanwilddaniae
alayasmitnuliza _
! ( Volumetric efficiency) USanas
( Capacitor tvpe) o 73
(UF cm™) (mJem )
Eleclrolytﬁ ‘ : A\L@\)))\ S ¥,
Aluminium 10 500
Tantalum chip 600 30
Double layer.carbon (Supercapacitors) ~3%10° ~2,500
ramr =3, (AN | %
Wound 0.02-2 1-10
Multilayer polymer ~5 ~1
R SN OO
Single layer Lermmc@}n . : s O’;{&Q ‘
NPO/COG ~10" 0.25
Z5U/Y5Y 8x107" 1.5
—5 - —
Ceramic multilayer = Ll (o) _a jO —
NP0/C0OG 0.5 1.5
XTR 30 35
Z5U/Y5V 300 40

(Moulson, Herbert, 2003)
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P o v @ P ° o T £ ! a
A13199 2-3 STAveIAUUTENAUN 2 uag 3 dwunisidenldanuludlcgungiiane
Tugrnsdsuulasaseiauglniisingg

FIA Code saamaii (") EIA Coded mnﬂﬁauuﬂammFhmm{lvl‘i‘h (%)
X5 -55 4 +85 D + 3.3
X7 -55 i4 +125 E +4.7
X8 -55 04 +150 F +17.5
Y5 -30 i4 +85 P +10
Z5 +10 D9 +85 R +15
S + 292
T ~33 04 +22
U ~56 T4 +22
v -82 9 +22

(Moulson, Herbert, 2003)
nueLnm FIA (Electronics Industries Alliance) Codes D-R ﬁamjm 2 uay EIA Codes S-V

2 1 Y 1 1 & ) 1 Ay 1% | a O =
Aongu 3 fega 1wy Z5U fe Miulszgnay 3 finesnisldaulugeangd 10 C s

o =

85 C uazdinsivasuulaswesmanugluiialiiciu -56% fa +22%

9INNNT 2-17 UAEAISNT 2-2 bz 2-3 @asafiansaledn danuduldlslums
1¥dn CCTO pUssRugdudnivisey uazanunsadamiivussaninaniegludiiuisegy
naudl 2 uaz 3 wdamafiudszpisasenanilainstdnuuegrenuy uiianildlunis

& 1

Usshwsarlunadutannd BaTiO, Wuesrusznau Fallanslasianasnidsunlaniy

aamafilusesuin nvivianssnanifinssuiumswseuigwindudounazldanmaiily
nsdaAIIEvige(complex multisstep processing) luaug? CCTO ldnszuiumsinieuining
(one-step processing) [1] fiAaafilnBianssnatuasasnlugiseaumalifinewnn (Uszune -

13
{

200 &4 300 I FIbwaiisetoliAnnmmIslunsYarRwss i udsy ailanusaldould
Tutnsgangiindedulasldmmulunisuaainmag uillymimegnasin CCTO 1Usshvg
Wushifuuseg Ao msdruuausvesnsgdenaladiansings lnorfimnzaudmsu
Sanladidnniniindsy Avfidusiiungud 2 uaz 3 pa3iaaelun9 0.01-0.05 Fauans
Al 2-18 uazanearaanmmaLulUilun i e CCTo 1nUsgAnsiduduivlsey
[27] Fauansian il 2-18 wuIrdsiRAERBIEnasnvosTanAeulndn CCTO/CaTiO dneg

W

@ =i o v

TunguianilaunsauszAvgdufiuyssquinsgIuwuy X5R uaz X7R 16 Inetaniild

q q

e
e

[ v

Usviugiuiuuszgnguisnaniiuszneuluaie BaTio, uax Po(Sc Ta )0, Be¥aniiadesil

IngnlduszRvgdudiiudszaiildivegaunsmangludagiu dewssudieuiuTanmouln
dn CCTO/CaTio, wuimsiasuudasvesasiiladiinainues CCTO/CaTIO fio +1.0%
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i |

Fuduantesfantunguiagiiamnsaussfvgilud

o
q q LS
a

WAUUTZLINTFILLUY X5R waz X7R 8n
Nnada1aanladidnnsna mmumqammmﬂﬂ"iwmwaﬂmEJ muummmasﬂimw

aAaa

CCTO/CaTiO, %Lﬁu"ia@“ﬁamwmalmamﬂm niPfianlungs X5R wag X7R uazdidfey

q

9g1989n15tmIuuTan CCTO/CaTiO315?1’93’1414uiumiwam@?’mdﬁamﬁm%uiumjmLﬁmﬁ’u

Weanndinssuiunswivuitde lidesnauasluFewesnnuduussenie wazldamgilu
manseunniriagliusehviduiuusgauuunaiy

L ] | I Ha a
- ceramic capacitors g W 1
104 at1 kHz F E #
- ® 220k i E 3
- 240K P P 3
n 260 K e -
- A 280 K L By
M 300K Bi Z5U, Y5V F |

o
w

L)
:g:‘\

i high dielectric
f capacitor

T e

X5R, X7R

CCT-CT-1-»:
(Ca,Cu,Ti,0,,)i

Dielectric constant

[a)
@]

Illll

| |
10 103 102 107"
tan (O)

Al 2-18 dadAnnaledianasnueddananin Ca2Cu Ty, Wisuwisuiuaudinilad
< a [y o'y a & v_® LY & ' £% 1%
Anesnvetiag ity Ussaugiunniudsyalutoadu waswtadu 308u (Feuseuiiensay
o o alle @ oha a = 11

dmaey) auniadsziug LTUMIAYUIEUUANALAN ) [27]

wanN31NNITYsZYnalTnUIaaladiannsnlunisussRugludiiulssquda 8
annsathinlivinduddsgivgnesidnnseindidadn Fo eszivgaud (memory
devices) AL DRAM (Dynamic Random Access Memory) %ﬂLﬂuwﬂaaﬂamﬁwﬁﬁmﬁm
g1 lnglassadrenneludszneudie s udamesiaztureafufiulsey (capacitance layer)
Faunnstufindeyaasuu DRAM ﬂﬂamimawyﬂwﬂﬂumulﬂwnaasuaqmm‘uﬂmmw,aq
uiin1sfinnglu DRAM Uszneuseisaduesdivuszadailiidywiieitunisiiduves
Uszgduiosnaniinsgydensladidnedniniu fafunisiauigunsel DRAM Fedas
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W danladidna3narvgiuludie anugliihvessaddiiuuszqiieglu DRAM a1wnse
Awanladisanns

A
cl=ece—= (2-4)

e ¢, Aoanugliiveawadsiiulszali DRAM, & Aerasnlndidnasnvesianiitiun

Uszhugloaasiiulszq, A Aefiufiiavesddnlnin was t Aeanuvuivesvesiuladidngin
meluad anaunisin (2-6) nuirdsesanisiiuaugliiiveswadly DRAM dodiiuiiug
a & s & 1979} a & a aa =]
YaaBlannsauazanAuruIEadAiulsEn el DRAM wayldTanladidna3nniaa
loddnminasuavarusawieuduildaunsld wilunsldnululagiudienis DRAM T4l
I3 v O = | a & A a < A =
YAENEIN Asudsldanunsadiniiunveadidningn nsiuatnugliiiniely DRAM 39
fosnsianiiiaasiladidnainiigauaninusgaviduead vivlinisiauiuiudjsauifves
DRAM #utilosanainnisAuny CCTO vibiianadnaatilasuauaulaluegannlunisi
szihnUszvgiluwaddunuuszglu DRAM @ea9nn CCTO anunsawseuliagluguves

Hauualdlaenginssumsladinesndmaidnuagmieunuynusenisuaziansiladibn

a I 1 3 4 1 1 [ av A 1 = a a
mﬂaz“f[,uma 10 -10 LLG]EJ8'1QliﬂW]ZJ"U’mﬁ’]EN']‘Llﬂ’ﬁ’JQ&WIN']u@ﬂﬂ"lﬂ'ﬁ?‘jiyl,aﬂiﬂ@Lﬁﬂmiﬂiu
v

Fag CCTO dsfirunnnada 0.05 wlpsndaniinlUdszgnaldiduianlulasdidnnseiindlu

gramnssuasdediaanledidnainguazdesdrnisgadenidladidnaind (tand) &
Julandidenlnsuaruaulalunisfinsuaeimuiesnninaslutagdu



undl 3
5N15ANLUIUITY

AdeilfeFeuns CCTO Vsansmamaiananiounuulndiweslnlalda ud
Anuilassaeiugiuvesnsiiwienldemaianisiforvudiedediond (Xrays
diffractrometer, XRD) 1nATANISMIYUINBYNIAKUUNABIFANITIAUBIANATOULUUADINIY
(Transmission Electron Microscope, TEM) LLazmﬂﬁﬂmid’lEm’lwﬁuﬁ’sﬁ’mﬂﬁamawﬁiﬂﬁ
1dnmsouLUUdednIIa (Scanning Electron Microscope, SEM) w& 2w w et liludugy
(ceramics) AnwanuantAladidnain nsaaudsladidnasn navesnisiluiinszuanse
Joundu (Dc-bias voltage) wazarundudadulunsilniihfiveuinsu (non-ohmic) ot
TuuniissUsznoudeiiianfiudeenBumsisnswien eulunsnsey wiecdleitlily
MsnIenaLazeng sasesiendlunsiessinanuaswsiiin CCTO Tinsenls

1. asadfifildlunisnaass

ansadfldlunnsdainsginedan CaCusTiO, (CCTO) TnaAfnsimTouuuy
ansazaneinawesinlalsde luwideiidaseisduiilue sz nevveslunsniianunsa
avaneunldeudndunsei 341
m3eil 31 ansaiiililunisiaiouns CCTO u3ans

e ANuUsans | wnaluana P
#19eAd / 5 UIEN
(%) (g/mol)
Ca(NO3),.4H,0 99.99 79.87 Siama - Aldrich Germany
Siama - Aldrich-Chame, Riedstr.2,
Cu(NQO3),.3H0 99.99 205.71 :
D — 89555, Steinem, Germany
Ci6H2804Ti 99.99 56.11 VWR, PROLABO Germany
NH4)25204 99.99 46.07 RCLLEABSCAN, AR1069 — G,5L
acrylic acid 99.99 404.00 KENTO CHEMICAL.CO Germany

2. supsumsanfiunuise
Tutuneunsendusuiteazdseneuiediulunsimseuns LarnisnIeuesin
definyinuaiinidladidnaindeiineanden delud
1. wBar CCTO U3aviadeTiasazansTndweslnlslada
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2. wumalas (calicle) wa CCTO Tiwenlafigamaiifigaumail 800, 850°C/6h

3. wisdintan CCTO MnasivnuAaladudivtnadusinugudnans Uszana 3
Tadwns waznunuszana 1.5 adiuns

5. W wilin (sinter) Wadan CCTO ﬁ@mmﬁ 1020 waz1050 °C/6h

6. Ainwlasaadsvesnauayfan CCTO Twdenlddeomada XRD uay TEM

7. dhenmiBsdnvednauay Tan CCTO Tiwdenléide SEM

8. YarladidneinuasAnninesnisgydeladilnssnmouiamaroamusadng
doundunszuanssvesian CCTO Turrgamaiiann -50°C fis 200°C wazNANMA Tk-
IMHz

9. Taearulidudaduszninanssuauazaunadng (non-ohmic) ludsg CCTO
uosenle

10. AnwAnladidnssnuasinmeinisgadeiurnud wazenmgl Anwviaausing

A '
£ L3 o & a

dndlaundunszuanse uaranulidududussninnssuauaranusedndiivauinsy
(non-ohmic) Tuan CCTO 7wsaxls
11. asUuaslgusenuiasinuiineinsnaauddelussduuue

Tunuddeibjadunisfnsnauifnnsladidnainuagnavesnnudsdnddoundy
nsziansa wazaruilifudadu lutas ccTo MwRenlilagitasazarelndimeslnlslada
(polymer pyrolysis method, PP) I@m‘%‘ué}’uﬁaamiﬁﬂmi’a@ CCTO Fidunszwils undnw
amﬁaﬁug’mmm Tngldwatamsiasauusadiend (X-ray diffracttometer, XRD) inALiANTS
mmmmagﬂmmngmwmﬁmfgammﬁéLﬁﬂmammummaﬁa%’u (Transmission Electron
Microscope, TEM)- ua inadinn saienwiiuiadnsndosganssatibidnase uuuudoinin
(scanning electron microscope, SEM) ﬁm%’umsﬁugﬁa@m CCTO Wudaniwsniin CCTO
9383w mdnuuyT3usesu (pressurless sintéring) dangsniinitassalldgniiandne
osfUsznaudadinaiielnewintla XRD wazAnwrananums Nudalremeiianisaionin SEM
FeanunsamaunninsuvedTEntYstnle dusuntsdnwiandaividesidnnin wazraes
Anuinsdn daundunszuansy Anwlaeldindestionaaovandinialiia HP-a194A

impedance analyzer Anulutnsauvgi=509y 200 C wazlugadndisil 100 Hz fv 1 MHz
Tumeuaningvesiassmidedunsinuanulhudady (Nof-linear current voltage)
fluouinsuesTan 8598n CCTO Fmiudunaunsdyaaagn idnns n1susUiagnig
Huasgiianeiin aaonaiedae dlilunasiesnsd fstwazBeaduiolud

2.1 nMsdaaszidanuns CCTO Tngdsinaesinlslsda

mAfedifunsduaseitans cCTo Taeisinaweslnlslsda Tneldarsdedu oy
Woasluinsn (CuNOs);.3H,0 99.5% Carlo Erba) uaaidiealuinsn (Ca(NOs),.4H,0, 99.99%
Kanto) a15azaelnnailon (CieHps06Ti 75 wt.% in isopropanol) wosluideuilosdain
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((NHq);5,04, 99.99% Sigma Aldrich) wagnsnezlaaia (acrylic acid) Ingfinseyniaunluyes
cCTO Tnsn1sAruansnsidulaelua Ca: Cu: Tiwindu 1: 3 : 4 Sududie (1) nay
asazarglumuioudv nsnezlaaialudnsidiu 10:20 Taddns (mL) figumai 30 e
waidea 1 Faludlngld hot plate nioutupudouriausingn (magnetic stirrer) ndsanniu
2) WwupsUeslumsanay waawonlumse Tuansazatglude (1) Lazven @1sazaie

~ Iz o a =~ o % o % | |
wonludouosdaiin 5% lneldaamgil 100 osriwadea ( C) nSeufuaumeuriaingn

! a = ° = % o o o A v
qudunanindueaniia diaanldluauludou 150 Cilwnan 2 h iiaguaiiuisuas

a ¢ . . = a o &
azidanlumuaalel (calcination) Moawgdl 800 way 850 C luania Wunan 4 Halug
Weliiagnainduaisyseney CCTO dmsunsiiinuniswwaaletigninliunliasiden
LHUNMLARINITAAAT Iz AR CCTO InedsindwesinlslsBauanslunini 3-1

M15799 3-2 Waulun1swsuudanns CCTO

Jeque CCTO narlunswarin (h)

a (3 <
aauugillunsiauaales ( C)

CCTO-1 800
CCTO-2 850

2.2 M3n3eudanYslin CCTO

n1swn3endagesrlin CCTOBuduiapnisiiansantugdifudunulaenissn
LSRRV UT AN L RET (Uniaxial stréss) A 1uGU-150 MPa Tngldii1SnvunaLdusiiu
guinans 1.6 wufluns aendsnissnagldiinvesarsiieg iiidnyaiziunsiunauyuin
URUANENA1Y 1.6 LUANS NUIYTE21104.0.5-1.0 L9uRALUNS v¥sanifuiudinansluie

'
o

=3 . . vas ¢ £%2 = a B
wiln (sintering) TneldAsnasimardinuuuliissruiioangl 1020 was 1050 C 1uiia1 6 h

o]

Tuenia Inglggnsnmsiiuuaganasvesaamaiiie 5 CAnd Lasaulunnsinieuianys

ANVNUABEAIAIAITIIN-3.2

A13797 3-3 Renlun 15uwEewdanYs1ain CETO

YaquuIdn anvipilunsunadin (O rmluniswikin (h)
CCTO-1A 1020 6
CCTO-2A 1020 6
CCTO-1B 1050 6
CCTO-2B 1050 6




[ el CieH,g06Ti +n5n0xlAasA ]

o

AUMELaiWEN, 30 C, 1 h

[ a158xa18581I19 CoeH,04Ti +n3neelaasea J

wnens Cu(NO,),.3H,0 wag Ca(NO,),.4H,0

NSoUAUBENRBLLBY, 70°C

AN15a8aN83EINg CieHsO4Ti +nsnezlaasa +

CU(NO3)2.3H2© + Ca(N03)24H20

W NH,),5,0, nieuauatnssaLiied, 80 °C

A15aran85ENIN CigH,g0Ti +n3nazlaasA +

CUNO3),.3H,0 + CalNO3),.4H,0-+ NH,),5,04

——— pusgAeLiles, 150 C

LA

Ua agiaen

~_—

[ tralurigningdi 800, 850 °C, a'h ]

\/
[ Fanue CCTO AT IMOYANATIAUUTULINS ]

AN 3-1 wnunMNNSEATIRRIaRNe CCTO tnedslnawesinlslada

35
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3. \nvpsilouazgunsnlitldidy

wmadalunsiinzilassainasfnvidnvazvesianuaaz Jaquainildly
uAdeiiuszneuie walanisideauuiidiend (X-rays diffractrometer, XRD) mAdianns
NIVUINDUAIALUUNABI9aNITTUUBBNATBULUUEDINIU (Transmission Electron
Microscope, TEM) uaginafianisehgnmituindendesanssmidiinaseunuudensin
(Scanning Electron Microscope, SEM) feazidondad

3.1 inasilauazaunsalildlunisnssuniuazian CCTO
lummeaesaisililosnndedddgamailunisunuaaleduazaaumgilunismning
gauninuanisiudatuasldeamgamgligeiansdunimg 3-2

q U il

a

AN3-2 WniEnemniiagy 1200 83 YAl

kY Y

AN 3-3 LASITINALYY 4 FILIALY
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mwﬁ 3-7 5aﬂaz3:ﬁm (Alumina Crucible)

3.2 in3esflanazgunsaliiléiinszvinanas¥ag CCTO

3.2.1 maliamadeuuusediend

wadan1Tasuusediond (X-rays diffractrometer, XRD) 1Juinadadild
AnsviiileAnuinavealassadiamin (crystal phase identification) gnisini3oaiives
ozmeululuanavesansusznouine uazlinneimesrdsenouressgldvadeing wae
Banaan waztdumaiailiinatsdansiotra (Non-destructive method) Ingende
nEnnABIULLar NS TY AR Sdiand TuAaannistdesnsvudluiiididaualna
wWioldredidnaseuesnin wdaldainndasdndsyudnstualnanasuolunifiows sl
Sidnnseviadisuihiitauelun Wuraltiinisuaavdesssdiendesninuiviaginedis
dusidlondiidsauuanasggnasiaiadaedaaunsoinsaaindsd (detector) Luaqmﬂ
miﬂizﬂauLLazﬁﬂQwumuwaumaiﬂsaaiwmaﬂuaqmaimﬂmmﬂamLuump,Jmmu Yoyai
Iisuanisavsvenyiinvesansusenoundegludisiieg s uazanansntiunld@nu
yeazdeaiienlastamomin SunaliabliSdendaaumaduisannnsz i
I@sJa'msmgsuamusﬂﬂmauam mmiammwamwﬂsuﬂaummm (layer) w3oszunu (plane)

'
=

°u'ejaawmamammmamauﬂaummﬂﬂimu Taefiuannsznuniniugiiasvounduiiaziiou
NIV AT AB AN ’Lummﬂumammmuu‘lﬂL‘Uuuu 0 Tuvaugiigunsalnsate
dynausdlend (X-ray detecton) a“maauwiﬂwuuu 20 LW@IMﬂ'ﬁLasJ’JLuuaamﬂaaqmﬂg

YOILUINA muamﬂumwm 3-8..

Jatnstinsiniaendisd

2okl IDe=r5" .
aAunaemunaanil | Loy
26
whganiiasad
AAUANATENY
Mg

AT 3-8 dnwaENIIIARENs Welsuiuwvasiulindediond wazgunsnlnsiain
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P Y

lunuifeilldinias XRD At s nAuiEnd augingrmans un1ine1dy
U3 1951l HARlABUIYN PHILIPS § generator 3w PW 1730 uazldidmasuns (Cu, K )

Huunassidadediond Tarussdndliihseniduelnauazitimesuadunisiiined
lndwinfu 40 kv uagldnszuamindu 35 mA TyuiFudulunsiayu 20 witdu 10 eae
wazyUEnTNeves 20 Wiy 80 Bdf1 ANAXBEAlUNTINIEIBNGYRIN T IANAIBENS
#io 0 wirdu 002 aer TuusagasiiviinasnsraaouTagiogsdaemaiin XRD agldngw
Arwduiussevinnnduveddiendiuyuvosnusnd 20 ndsintuaunsntingnd
LAunTAs189kagAIUINNIATEEE19TEUTI19TE U dmmameﬁasﬂﬂﬁﬁulﬂmmmm

v
Ly

wUINA TnelansuanugAauYeIfIaNgRldlun1sneansfa A Windu 1.54065 A fatiu
nnngueskusniausamen d e (3-1)

< _1.54056 A
i 25in9

Jedwammdt d_ vewneeanswiliug i d ddaldanmisnaassliiisuiu

(3-1)

gmsﬁayjamﬂ ASTM (the American Society for Testing Material) ¥84a15U52NOUNI D4
5IRLAREENR

wonanimadla XRD Seenansaldmusmuuinvewan (crystallite size) Ing
ldaun1599919951505 (Sherrer equation) A1838 X-ray line broadening %ﬂ@?ﬁﬂ%agaﬁiﬁ
9INMTATIULYELYEend ﬁy’mmmﬂgﬂuuu (0) wazAun TR IwL A3 I TavesaIy
qwawamﬂiwv\lmnﬁymL‘uu‘w'%a Full Width-at Half Maximum (FWHM) Asasns (3-2)

Bl N 02
pcos@
g D A IUIAYRINEN (nm)
K o iesdl Tufusuinuasgusssatwdandn lunismquingatlii 089 < k <
1.39 uslumadfufosldaiusean K~ 1 (Suryanafayana and Grant Norton, 1998)
A Ao, ATdaAERs Xoray (lunstiued Cu, K, =0.154056 nm)
£ Ao Full width at half maximum (FWHM) (radian)
0 fio uuideauy (r3dian)
3.2.2 \ALANMSAIEMMWAIENGEIIANITAUBENRTEURUUAD I (TEM)
ﬂﬁ@ﬂﬁ;ﬁﬁﬁﬂﬁ@Lﬁﬂmaul,l,uua'am"l‘u (Transmission Electron Microscope,
TEM) Iégnasatulne 135ud ngam Tul ne. 2475 ielifnwlasiaiunglurensadiag
Sdidnasouazindouiinggriuwadvisansfegaiideanisiny TEM Wundosganssel
Bidnnseuildfnmansiegsiauisdaniontudeitians: dWelideynindidnnsou
funggld n1saenmainndesssaniaginldlasnimmsatadiinaseuineqriuans
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fregetiuies TEM wsngdmiuAnuseaziBenvesesdusenauneluvesansiiens 2
wliseavidunganinndesqanssatsindu Weswndfdsereuazdsyavamlunisuan
WAITaEBEAgaNIN (Uszana 0.1 uiluwing)

wENN9IuTes TEM azUsznaufeuvasiiilndidnaseudaimnifindn
Sidnaseuiiedeulviruszuu Tasndudidnnseudilsnnuvasinnazgnissisaualudh
Tihulugsaudsausm (Condenser Lens) ilovilvingudidnnseunaneidudididnaseu 3s
ansaUsuliuuavesddidnaseulnaseidnlimudons mntussidnnseuazinded
HUEN5HIE19 (Specimen) Tlag@inunly Faansfegafidnuasfedidnuaefivuuiasung
un viotlusynianafiazidenuin (glutheszning 1-100 uiluluns) uenanaziinis
nszidsveseynandiainsdsnuumsnaenied dnnseunsqruasiaegely uay
Sidnnsouiingqriuansiiegilfrgnudulnialnetaudlnd¥ng (Objective Lens) Fadu
wudiimihiiveedygyraieliidnamiiiseasdeataauminiian anduarlésuns
‘UEJ’]EIWJEJL@U&VI@WWWlUﬁﬁ]@iU (Projector Lens) uazUsulniavasaioynindianasouli
g1 IMoRTAY Usmguummiamaq Seanuisatuiinnwluguuuuingg Iéendes CCD
ANNATLILAEN Fawanslunimil (3-9)

7l 39 ndesganssmidianasautiladaaniy (TEM)
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Fnswseuansiegnaiiothungienne TEM SeinanedTluditezieaue
nsdififaguioansiegsiuunasdon Gedunoulunnsfontunudouinludedisd
Basiegmaniuefiawoanssed waaswhdiaiesdansiledn Weldadudsanud
geg liAANIINTEANLAIVRININEN IntuRnicly 6 $alus wdmenasildacuLusy
Grid vihsenesunsndoufeaiivoudonrudiuindiedies TEM anamsuuuunis
GAenvuvesdidnaseuiitidnvamduinan aunsatilulilumsieseilasedwdnues
waasuiuifluasineguld Inonsiassoiduriigudnansvesusiazisiiusing wiwi

ANSANUIUMAITLELINTENINTLUIUINANAT (3-3)

AL
dhkl = F (0-3)

laghl R fie s8¥21nAAUINATN (000) Beumisuuiduseuesiinauillsingainany
NsLEE VLTI (hkl) 1o 9
A B ANSEEETENINTTUIU (hkl)

2
=

) fio AnuennAuvesdEnaseuild Quitiianwintu 0.0025 nm)
| fo Anuendos (Camera Length, TudiiiAnwiniu 0.680 m)

Tnsauideilfinios TEM Faeegfiniainitand puginenmans uninedovouniu fu
TECNAI G? 20 w@nlneu3um FEl Uszimeadangy

3.2.3 ALANISEEAINAIUNEOITANIIAUBLENATOURUUADINTIA (SEM)

1136180 1NAIBNHRBIANIIAUBLANATAUKUUADINTIA (scanning electron
microscope, SEM) Wuwpiiandstienniilssesdnanuazsiunaneniesisses (spatial
resolution) gendnAesanasAikpuLatisennTuvassiiaaduisiauenedudy
(raudidnasow) Wudadnmuazerwansalunmsiuadidnaseulfidusuuau e 1
Tamilsfiaudndngs ndanasitsuzedinsedineialife uwvasiniadidnnseu
(electron sun) i fiuanUaesBiannsousens (primary electron) lngdiinmsaugnisa
éjwﬁﬂﬂWﬂan (high voltage) kazlulaudusituanladin (electromaenetic lens) Tnialdi
Sidnasoutududmnnsznuuiianiiedns Inefaununesd (scan coil) viivihiingind
fidnnseullutive iAo wazileaiannsaunnnsenuiandeed whlsasnsuuuy
lLiBavieuives sbimesagdody dwabiinndidnaseuyaiiaaeiiFonin idnaseuniend
(secondary election) §sgmirtuagapuazuladagadifdidiianwiuaedensii (CRT) lng
ansnglddenildraietudnlduuiiay dyaramdeiifdeyaniofudnvusiiuiies
feths 1udyaaigniualdlunsatngmaiig Pwdildndyanaiisenin am
BudnmsounRendl (SecondaryElectron Image, SEI) mmadwuaqmwﬁua&jﬁuﬁuﬁwaq
Yaniaogns drituiiivestaniegndanunudsuainildazainedosniiiuiafiyu
uonniudrennsnfndigunsaifimuiionsaseudygnlusUuuudun Mfntu Wy

ANATaUNILIRINAY (Back Scattered Electrons, BSE) asvinlalagnisanga

11nBLaNAToUNTELI9INAU (Back Scattered Electrons detector) deyayrauafiniliinann
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ildnmsouiiinnisazvioundumun Tnetielunisuenseasidenvesguinuuazesdusznoy
maaﬁaaéwaiudauﬁﬁﬂLﬁuﬂdﬂﬁé’iyiymﬁLﬁﬂmauﬁqaagﬁﬁmﬁmmaauié’ 1ay BSE azlu
foyaifertuesdusznaumaniiuuiinvesiedns Tnglauuanssuuiiuiinludnuasd
wtseanidu ilaaiauaziladio Tuadiuiavosmeuvossy (2) inavegluiagiu s1ndidiay
ozmeuganazivlaiaing nisgidiavegmeniiniy

lndisd (X-Ray) 59 aldlaenisinsasyuu Sea (EDS: X-ray dispersive
spectroscopy) ) Wnglvidoyaanuuy Uamﬂuﬁmwﬂivﬂauaaiumq Tu Tneuansoonundu
namivipiufinmiunudedifiovondumisiioguassmiiug

nswsedand miun1sAneInie SEM Wsuulagn1siaRauNeaIuLRIvesian
el Sanannsnitlwihld duedesndounes (sputter coater) fiog u MAITIEANG Az
WYIANENT UMINIFLVRULAY HEAMABUIEN FISONS Ju POLARON SC500 Ingltnszua
25 mA nanfildiedeuuy 3 unit waglumAfeifldieios SEm dfiogiinneindsinet aug
WMYIMEANT UMINYNTEYULNY HERMABUTEN LEO Useimadangy Ju 1450VP sUAIMAS
wandluniwd 3-10

INAMAEMEWATA SEM @ansamuuIntensuresianwsintalngisng
AAEiaINnm (image analysis) lngnsifisuainaanninaneudminmsmunansueds

M 3-10 - ndpwanIsALBanATeUYIadeINIe (SEM)

=l

3.3 n1sAnwINave sguglinazaMMBAesuURAN Il Bidnasnva s TaqIYsdin
CCTO

dusutansodaiinnaisRnwalsadisias Andavisiugiuuda tignihandnem
audinsladianain lnedunisfnumaveseamaiinazanuieautfimdladidninuestan

F9819 sLumu%%’aﬁlé’ﬁﬂwﬂw&’gwaaammﬁLLa mmﬁ -50 9 200 C wag 100 Hz 4 1
MHz suasiu wagldlawmavesnisdu 1 Taad mmwumaumimiamammamam‘m‘umi
nagauandAin1laBiEnn3n sTUULATNENNITRIIUYEILATEY LazTuRaUN1STR &
srwazBunselul
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3.3.1 Mawseuianmegidmiunaaeuautinidladianasn

lumawseuiandiegrsdmsunisnagevautinisladidnasnvesianwsndn
CCTO, LTNO wagSanaoxlndn CCTO/LTNO Buduenistafiavivesaniogaisans
suliisuuazimnumnainanesenseaumseiiauazden 1,200 luaseu wdn
fuianuazenimiinvestagiegs laensdnseiifieidanstaiiandrsainnista
Fronsenenane wdwiliufaiemadafisansou ndsntduinanumuvestaniiegs
ilulasiines Ineviinisiadigadieg 5 9audaniunadeiduaininumun (d) vosTan

'
a a a

fege TuneuanTetnandieg1wwingadianingm (electrodes) Mu3nmiisansiu

(Y A

wagYagilivindadidnTnsalunuideiife naku Gilver paint) lnsfidadidninsndiuans
(bottom electrode) MinenTduawdaiiuil dausidninsadiuuy (top electrode) n1ifu
fuhenauuasnsuiud (A) vesdiintngn (il 3-11) 6??’;5Lﬁﬂimﬂﬁmuui’aaﬁaaﬂwgﬂ
falsutadunauszana 24 $als

1 aianInsamuy

i
¢
¢

ICEAT]

—_
=
—
-

d

L'd
-

<+— Ganiniaduin

/’.:
e

N7

- ot -
aniniaa U

\(ﬁ?ﬂi;:J/

AN 3-11 paswieniagiegudmiunnaeuantivadladidnasa.n) nadaving (@)
A BianlysaA Uy

3 3.25vUuiagndnn sy LtsuaTemade ALV 8k BLEnn TN

nnsnaaeautAnIslaBEnnInYeTagfes U uited naaoulaeld
\n3eailonnasualidinaluila impedance/Gain-Phase Analyzer (HP-4194A) Aiaat o
udineluladlavsuar Saahittna (MTEC) oo uaiodionnanideannsntaldludag
ANuAine (100 Hz - 40 MH2) dagamnsaUsana Lt ledutaniedsiiiduvesmainie
vowuds Snitafisrandh (Heifisufugunsaidmiviinsziluguaudlulaziom) Tneldnng
Saalulnunvean1sIna18ufiunud (mpedance measurement) fauUsfianunsnIale
Usznausieansngg dueluiie sufiunud (impedance, ), weninuaud (admittance,
YD, 0 (phase), Armsuniulnili (resistance, R), Suanuaud (reactance, X), A3 uun N
(conductance, G), FalgULAUD (susceptance, B), Autedn v (inductance, L),



a4

AUl (capacitance, O), unninesn1sgayLde (dissipation factor, D) kag Q (quality
factor) AmSundnnisviisuvenniasiionaaevaud@nislnill Impedance/Gain-Phase
Analyzer (HP-4194A) e 13938i@nmsefindnnsluniosiminindnadulniiifianudaie
Turrwwesmsldanuiieddiiuiasiunmsauaziailaiiuasddnmseindifiowvana
Fawansluwnunni 3-12

naneaulndng AIUVDTI9ATNNGB AUVDINTINAN

AUDANI AUFIBYIY wazUswa

Andi 3-12 ndnnsriiuvewndsmaas vanTanagbia Impedance/Gain-Phase
Analyzer (HP-4194A)

dmdundnnanaaouautinasledidneinlunuidedlslindnnisvesduiv
Uszauuuisuguuu ngladidneinumusmetagus S maaouuasdiuvedusiuguuiy
unudeididninseiiedenuufauiihvisaesiueasTaaaegns (Ml 3.5) ununmuoims
NAABILARIFININT 3-13

| —

= a a a Y a
NN 3-13 iSUU‘Wﬂﬁ@UﬁM‘UMWNVLﬂ@Lﬁﬂmiﬂﬂlﬁ]ﬂ'ﬂﬁﬂlﬁﬂ'ﬁ’mﬂ

1A INT 313 iaTeeilavnae vandFna sl i1 -mpedance/Gain-Phase
Analyzer (HP-4194A) Yiantiadlduinassndanauldfinfiangan1ee deideutudiud
oonuuuanIumadifiorinaeufuiuszq lunismaaes wadiananiunude fanesin
nd1dnn3nditdilnnaaiaaanniiiu seswadsndiaugninnsuninduasesldiid
Usznoumeiuiulsey () wasIduyY ) Adormiuvuruu Tag < Duduiluansds

maiuuszglni waz R (udinfivannasasidenasnuliiluguvesainuiou ununim
p

LLammﬁﬂmsﬁwmmuazﬂizmawa%’ay)aLLamﬁqmwﬁ 3-14
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2 ' v s * ! @ £y 1
[ HP-4194 Tipnusnefng v AIBDUIANNIDY ]

J L

o *
HP-4194 Yanszia | (current charge)

J £

, * *
HP-4194 ﬁﬁ‘mmm Z WAz Y 91nd@uN1T

* e S
Z =V /I =R+jX

R

HP-4194 A1uluA) C wag D 21naunis
P

Cl=-B=746)
P

HP-4194A wansnan1sinuazdnnutoya

1A C wag D INNANITVABBINIAIUIUNNAT €, € Loy
P r r

tan® NFUAIS €= C / C,
r P

S DEF=FIWE R\ ()
r /| 0

2 W

il 3-14 vaaasinkaznsitudeualunsnadeuanUinaaladiineinluanuideil

BUEUR O = 271 e, f Ag Arrudvesanu il

o Al A - 2 o
CO = Aso/dS o A A9l iuNveIBanInse (m ), dS Aa AUNRITDIEITAIBE1E (M) WAy

L 1

o = (9] -12
g fio anweounalnifiavesdmannda saianiiu88as x 10 F/m

AN 3-13 waz 3-14 Wuniswanmanmuaswastszananalaglifiansanfsnnuianaind
WnTusEnINanIsnaaavautmini1eledidnmnsn Tneviluwain1sussunanavaansaslunig

NAaRIlANATUINAVEIAIUAANAINTLAAIINYAUNTIVDINITNAGBINIE FaLandtunINg
3-15
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RX
—AM
L R,
DT —WAr
{1
13 I
C\'

a Y va a a a A a a
il 3-15 asliihnansssuunsinguiinieladianainilioiasuinavesnnuianain
Wosan anedsdyaauaydianingg

YR * a =
fatil 7 9993995 A lun g 3-15 Ao

Z =R+X

R. OL—@'RC 1—wL) (38
=R + St -
14 (@R .C ) 14 (@R C,)

o

5] R uaw L AsausumElnAwazArA et il e s naneds

¥
(% a a = o

FuuILazdEanlnga SIUUI R a4NISaRAIANURANEIAMLANTUT D UD 1989719 84

]

o

sonuuuliangdsdygnadianuegntesiaaniiiazilduas fudynusuniuldd lnoua
vosaumisailiiasusmummifingu tozdleanudgeanome @nnd1 1 MHz)
o1viliAnUsngarsaisleuund (resonance) 1 waulusuidbiiadenyhnismeaou
Lavdiasgauifmaladidnesnlugasaanud 100.Hz f9 1 MHz
ﬁww%’ummﬂmwmﬂﬁﬁmmemﬂaﬁﬂimmﬁLﬁmﬁutﬁaqmﬂLﬁmmﬂwmiiw

U |

FusgniBianinsauazinniivesiandiegas (Electrode polarization, P ) wuusingnisal
fiAndudosrnanmilliihdssiussididninsataeiovthos daniona Tns B 9
fouaifinsiniudedninilave st Tanses widwisinnfutaganuimas wad
masniiledaniingin /Zﬁamiw‘v"ﬁwmmmmm@Lﬁﬂm‘%ﬂmaﬁaﬂﬁaaéw

ﬁm%’uﬁlmm”‘;%’&ﬁ’hjﬁaWimwasummmﬁﬂwmmﬁLﬁmmﬂawﬁqé’zgigmuﬁmmﬂﬁmﬁaaum
Slodisuiuiasiiladianninfigennves CCTO wasluduvagne ' P, Alideauiimladidn
p3nves CCTO daadndudeldndduvatonguiinids Widmantnddoanuienguidiednnisd
Aasiiladidnn3nigannues el OARmaanEingaTsaissnanil 14, 21) Tuvazdidnnga
\oinmsiidasiiladidnednfigemanves CCTO dammunainnisillasiaiianisganiandne
U IBLC uay P finatiosnndedasiiladidnainues cCTO [13] Tngludruvasenidfoiilsl

NIITUINAVDY P

ie
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3.3.3 Supounsnaaes

1) Wansomaaeuantimalulii HP-4194 waziUalusunsuauaunyin
wazduiintoya

2) selinToamndouvineuuszana 30 Wil

3) é}gﬂm@hm dmsumsia sl

- AnudliEuduLazaIigaTheveIn1in Ao 100 Hz WAy 10 MHz
ANUFPU
- Fammyianuunuaruiiiusuuaeniafiu wazInvun 51 9anaentas

Qe

D.

YDIANUDNTIA

- AeAlamanisau (oscillation voltage) 1 Thad
- faenlulyunveinsiamduiuaug dun1sinan C,D Favnenan1sInan

Ayl uaz winmesnisgade (tand)

4) ldTansegnduszuunauisaysvaamaiils

o wa a a L2 U 1 1 a = o
5) v inauivnsladianasnvesiagfedndlutiaenmgl -50 fis 200 C
o o £ 24 o

Inevhnsiauaziivteyanns 10 C

6) ihdayanlimnnsinludumameiniladidnasnuasainisagydens
lodidnean (Ausalaelelusunas Microsolf Excel)
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NANISNARDILAZANISIATIZANS

wansnnaesluuniuseneudisdiunisiinseilassadsvesmstan CCTO e
wadiansinminendesganssaididnaseunuudestu (TEM), madanisideaiuudie
$sdiond (XRD) dauidintaginTenliiasgidnungmanisamiemain n1saigaimgae
néoqanssAiBidnasounuudnns e (SEM) wazdrugnameluunililunavesdnsiiladidn
w30 (&) nmagadeladidnein (tand) MAsuulasmugumgiiuazaud uaz ns1mam
Tifudadu (Non-linear current voltage) s¥minanszuabniiwasanussfndinuituiy
voudnfan CCTO Fududrfivsvanquantivesnisilasuutasniiusiednduas
nszudlslihiveuinsu (Grain boundary) TuiiadanisSes s

1. MsfnwduguIneuazlaseasnawseaunauily CCTO

NNIAN BN YU FUFIUINENTRNAIE A1y TEM YunaynInully CCTO
wisulnowmaiaaisavansindweslnlsls@adiniiunisunalediigamgi 800 waz 850 °C
wuieynaldnwazingiudunguiisunsasdvuiaiiuduoy uansisnnd 4.1 (a) uay
(b) M mazdiulfinuuaresnunpainaekasiuualduisiudognmgfuaaluizetu
uaziiAedsoynineglunag 10-35 uiluwing way 7-52 waluiing ANa1FU A wunsn a-1
uaz b-2 1unnde TEM innuasdongs Sseudusyniaunluvesusdan CCTO Mwsouls
IiiEnuun 30 uay 45 ualuias AIMSURe CCTO Aunalermilonmail 800 uaz 850 °C @
ATLNSAT a2 Uay b2 WuAImRsUsL (index) 9adse Uy SAED (Selected - Area
Electron DifffaCtion pattern) 3o iazgy saiasatinamnunmya13r o5z ning
YU dy VOIRSHEN CCTO FlsSenildfauanslunisied 6-1
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AN3197 4-1 UARINANTTATLITZEEYNTENTNTEUIVIINAMEE TEM iaseylassasiana
vosusdanuily CCTO-1 uag CCTO-2 Mwseulaedtansazanelndwesinlslsda

fEg | ¥ & d dmaal Tl d g 1As9ds1e | @nsusznau | seuu
(nm) (nm) (nm)

1 3.8471 0.2599 0.2611 C CaCusTigO12 | (220)
(CCTO-1) 2 4.2663 0.2344 0.2335 C CaCusTigO1, | (330)
800°C/4h 3 4.6806 0.2136 0.2132 C CaCusTigOyp | (222)
4 7.6843 0.1301 0.1306 C CaCusTigOy2 | (400)
1 3.8571 0.2592 0.2611 C CaCusTigOyp | (220)
(CCTO-2) 2 4.2363 0.2360 0.2335 C CaCusTigO12 | (330)
800°C/4h 3 4.6606 0.2145 0.2132 C CaCusTigOp | (222)
4 7.7243 0.1294 0.1306 C CaCusTigO1, | (400)

e (C nuneghis Cubic)
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AN 4-1  uanInMa BN TARALIBS JENRY CCTO mevmaila TEM, JULUUNSGgIUY
YDIBLANATOURAZUUINBUNIATDIBUAIAUIN CaCusTisO1, A tANguMT 800°C
(CCTO-1) (a) uaw 850°C (CCTO-2) (b) in3eailagiTansazanelndimesinlslsda
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(220)
®)
Q
@)
C
=
O

Intensity (a.u.)

20 30 40 50 60 70 80
20(degree)
amd 42 uanszluuumBAsnouiidiendremsayniaulu CCTO wisulnyis

asazanelnawesiwlslsavnunalarivieamai 800°C (CCTO-1) uaw 850°C (CCTO-2) Tag
a1 4 il IneiguiuiiaiesgIuees CCTO (ICSD:95714)

nan13ANwIlATIATII0eIRYATAYNI CCTO Mmalia XRD Mndoulngds
ansazanglnaueslnlslsia Moamqilinalas 800°C(CCTO-1) uay 800°C (CCTO-2) Tanld
na1 4 Falud Bandlunmi 4-2 Innanmuishutianan (main jpeak) TIMIELALY
Fediond drusunsaun1AuIlye-CCTO Lﬁm%gu‘ﬁ'agu 2610V 331478, 37.691, 41.546,
45.1348, 48.5307) 60.6748 Ude 71.5635 Beiilassasrsdiutuuimesianglns (CsD. 95714)
Tngliififinvesarsduiievu (impurity) wewSsuitsuiuiiavaniufindmsgiu CCTO (CSD:
95714) \flendeyaiildumduanyruInnEnlaglnIsd s LouRUsTUIU (220), (330)
(222), (231), (400), (422). 8% (440)-hazlalusunsy profilefit 1.0 WUUIARENRAET0
HIDUNIAUILY CCTO-1 WagrGCTO2 HuInmnfu 475% % nm ikay 93.13+25 nm AdLaAS
Tupsedt 4-2
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A13190 42 wansuIandn (D) vedNIaynIAuIly CCTO-1 kay CCTO-2 wisulngds
arsavanelndwesinlslsda

#15A9819 U 20 FWHM Crystallite size (D)
(hkU) (249A1) (2961) (nm)
211 28.788 0.2296 38.699
220 33.478 0.2104 42.714
CCTO-1 330 37.691 0.2182 41.676
800°C/dh 222 41.546 0.1892 48.651
231 45.1348 0.1727 53.966
400 48.5307 0.2297 41.099
422 60.6748 0.1707 58.417
440 71.5635 0.1946 54.515
211 29.6179 0.1203 73.998
220 34.322 0.1248 72174
CCTO-1 330 38.5295 0.1462 62.359
850°C/dh 222 42.3628 0.1145 80.610
231 459174 0.0919 101.705
400 49.2918 0.0907 104.398
422 61.4181 0.0849 117.903
440 12.2566 0.0808 131.873

AING 4-3 uaaafAndnue sian CCTO Mnandinfigauingdl 1020°C (CCTO-1A uaz
CCTO-2A) 1050°C (CCTO-18 188 CCTO-28) Ingl#lam 6 $las wiloifloufudievdnuasan
CCTO 1msghy (ICSD: 9571@)aannmanes gwiadia XRD 981U ¥idn CCTO Tin3esls
LansfiAndnvae. CCTO wnsgiunniinlagliifintose1saridotu

nsnemBslsvAIAsiuaRfin (Lattice-constant, a) 1833d@-CCTO MIiunsoynin
w1y (CCTO-1 Gy CCTO-2) uag 5?19] CCTO (CCTO-1A, CCTO-2A, CCTO-1B uag CCTO-
28) Tnel#lUsunsarsnian (Reit-veld mathod) Iasardiléiussuiiouiuauaninansgiu
(ICSD: 95714) FavinlleiransTluaniinviafy 7.3873(6), 7,3901(4), 7.3913(4) uas 7.3897(3)
Fransou (A°) dmiuian’CeTo-IA, CETO-2A, CCTOMB oy CCTO-2B aud iy Fadndl
U¥uiieuTulusunsudvinad Saasifuiaaaniwinuiulaeld XRD (X-rays density) 2zdiAn
winfiu 1.1252, 5.0600, 5.0517, 5.0551 g.cm™ dmiudan CCTO-1A, CCTO-2A, CCTO-1B

uag CCTO-2B lawidlalUsuiisumianunuiuiuilaain XRD (X-rays density) az@onnass

Ao v Y] saaa = o m a Y

UAUAINAIUIULAINUENNITVDRITATAFTIAIUIVAINAUNIT O =— zTAITY
V



55

82.7%, 87.7%, 88.5%, 89.3% g.cm™ wazduWusiudunIma1s1n SEM Tunni 4-4 Fsan
AavkiuiiLwIldugulegumiilunsinniln (sintering temperature) ga7u

g ACaCusTl 4O12
- al N
5| 8sg¢ S g
ccrozsg | $8&F [ 3
=
éCCTO-lB " M A A k N L .
>
= L
o |CCTO-2A | . oFS J -
IS
CCTO-1A _ =N l . J b
|CSD-95[14 J‘ A A "

20 30 .40 50 60 70 80
2¢(degree)

awdl 4-3 wanssUluunsiAstueAengves CATO wsfin tngimanin (sintered) i
9aunil 1020 °C (CCTO-1A, CCTO-2A) waginaniin (sintered) N19aungil 1050 °C (CCTO-
1B, CCTO-2B) laglgiaan 6 4alus lnaiieuauiiaginsguves CCTO (ICSD: 95714)

2. uansfineadnunziiuiouasian CCTO Tasiviada SEM

nIsRnwIn BT URAYEg CCTO Masanlflasinafin SEM-ATu1s0UaNILIRTUIN
fuinvesTanimsouldlusedvualges (L) Fammnd1ofuiime1iaq CCTO-1A, CCTO-
2A, CCTO-1B usy CCTO-2B deipasiio s giiiuiagae SEN iianslunind 4-a a1nam
auituduUs N UTANRN T (Grain) WATUOUNILAGrain boundary) 8g1sdaiau Tnefiuuin
ounsumlaarnninane SEM uazldlusunsy (Line intereept) hazd1uiuinTuog19iag
200 wnsulu Amvesian CCTO, Aan SEMAITATYIVAY 2.8520.9 284+0.9 4.2451.7
4.31x1.2 lulasiuns (Um) dwfudas CCTO-1A, CCTO-2A, CCTO-1B wag CCTO-2B
gy Tasvnvesnsuilualiuistudieoifiugamyfininin (sintering temperature)
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Y8utnIU (grain boundary)

AW 4-4- amanEfmomAta SEMLazT8sTan CCTO-1A (a), CCTO-2A (), CCTO-1B uag
CCTO-2B Thndeumeisansazaslndmesinlslsdea: nelfdonly wiupales 800 °C/ah
wWniln 1020 °C/6h (CCTO-1A) (@), lkaalen 850 *C/4ah wwnniin 1020 <C/6h (CCTO-1B)
(0), wAa e 850 “C/ah tWantin. 1050 “C/6h (CCTO-1B) (b), lauaalys 850 “C/4h W1
uiln 1050 °CZ6h (CCTO-2B) (d)

' = a a ! 1 a a o

3. nanisAneRrRsiladdnnsn (&) wagAnisgaideladianain (tand) vosian
CCTO

- & o o aw da M a g A o Y  ad a cw
Wesnnanuiluaslunisihiagudansiladianssnluldnuiudidnnsetindsos
Tdnungungiluazauaniangdieny asuup A lvetdufnwinan1siudeuwlasenndg
ldidnasnuazAtmuauanisaguds Tuidnnmseulalugieniuaain 100 Hz-1IMHz wae
F299ungHN 50 °C fi 220 °C lneip3asteilddnwiAinsnladidnasnlunisvaaesd In
AreenunduAIwIuauanIsgayLde (tand) wazaraaugbili () snAmisaesindalaain
- IS o 3 ! A a x a (Y d‘ <! ¥ sﬂl ' 14 =
wsesethuAwnAnanindidnainludan CCTO MnIsumeRauludieg Tngldaunisn

(4-1)
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Toeil &' Aerasiiladidnninvesian

¢, Aernnuaiiinlalngliiesesile

A Reftuiinthdavasian

D ABANNNUIYDIIER

& Aomladidna3nvesdeyanid dawviiiu 8.854X10 ~ F/m
mpsfiladidnasn (") fismnaildanaunsi (4-1) Wiedunsfinsaravesmladidnesni
WasuuUasmueIud ﬁ’]"ﬁ@%aﬂlﬁﬂQﬁlﬂ&ﬁﬂﬁ%ﬂﬁﬁﬁuimlﬁ WHUNTINANUAURUS TEnIN
Aaafiladidna3niuAnudviudsuniad 990 100 Hz- IMHz fawansluning 4-5

a a 1 ~ a a 14 | I3
AT 4-5 (3) wanInsINNsasUBYaRAIlABANmSA () LazANULAUANT

=

gade (tand) AuArudludie 100 Hz-1MHz 983739 CCTO fwwminiigamgil 1020 °C
feran 6 Falug (CCTOMA wag CCTO-2A) annswlazifiuindasiladidnesn (&) A
wnitanfinud 100 Hz Fefiiafy 3260 wag 8360 wazAiasdianaaionnudifiuty
uardiAdnanfianuiuszann 1 Mhz Sufatumiiaufiuluian CCTO fiaos lnafianasiilad
Bnniniaraonndesiumuausnisgyde tand) lulaniassfuandduunmniiovesnin
il 4-5 (a) Inefieunuaudnisgapdeluagyisaosagiiait 0.072 wag 0.069 fiaaud
WU 100 Hz waedidnroutnmsiilutaseniufiann 100 Hz i1 10 kHz wazasdidngunniud
AN 10 kHz Ssdunuiaiantsgaydviazaenndosfumsanasludasiiladibnein

wagsiliAanalunisisdnanevesian CCTO daunni 4-5 (b) uansdrnsiiladidnnin
(&) wazAumuaudniga s (tand) Mudsuudasmuainud ¥esiag CCTO wning
il 1020 °C Falaan 6 Halais (CCTO-18 wag CCTO-28) | 9nnswidasitladidnsinlu
fﬁ@ﬁ”’aamﬁmwhﬁ’u 10,000 18€12,500 AANLA 100 Hz nenasiiladiannsnilaydiuing
A1nNINTan CCTO wniiniemvg i 1020 °C uazAnsiilaBiaARSnd sz duiitudiue
wuauinnsaatdeladidnmsnduandusnuyanflaves n1wd 4-5 (o)-gamsilaladianssn
fannlutan CETO-18 Wag CCTO2B ddmusfuAuunnannsukaggannfalflunisi
il daunninssumsinnenauraTevsIARlnaianeSnlu YA CCTO ndiiasmilouty
funsdifivniindigfmal 1020 °C uasaanndasfumsinendestinddovanss nauiiriuan
NNMINRABsazIiuAIAsTlASIaRaE AU TaR CCTO-28 Hehmettitnsiuaziiailndidnaings
Uszanas 11000 uazilmuyuleudnsgasdeny0:048 Geilaammdululilunisinian ccTo
laweusiladidnasnilwieudisitarsazaneInamesinlslsdadluvssgndlunisiiaiosiie
ddnwseiindle



B5000F T g T T T ~rer) 0.30
_ at 20 °c = CCTO-1A .
W N o CCTO-2A 025 53
4000 I
7
0.20
3000
0.15
2000} o /
I o -0.10
|lllllllllllllllll......-..--.-. ...::‘l
1000 [ dee* Joos
I \ '
0 (a)l 1 IIII 1 IIIIII 1 1 1 IIIIII 1 1 1 IIIIII 0'00
10° 10° 10* 10° 10°
Frequency(Hz)
15000 T 0l T T TT | T T CICI 6 T lBl T T T l.l.l TT | 0-30
at20 C = CCTO-1 .
- I ¢ CCTO2B R (i e
w i >
10000 1020 @
1015
5000y, ... s = 0.10
ll.ll.-.--..-.....-... an ...... X
: > -0.05
O(b)l 1 1 IIIIII 1 1 1 IIIIII 1 1 1 IIIIII 1 1 1 IIIIII 0.00
10° 10° 10* 10° 10°
Frequency(Hz)

[

Al 4-5 udasdpsilaBidnnsn. (67) wazArgadelndidnn3n (tand) Yuiy

a

v
Y
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=
AU

(Frequency) ﬁqm‘mqﬁ 202G ve33dn CCTO 7 wdln Gintering) ﬁﬁ;mmﬂm 1020 °C

(CCTO-1A, CCTO-2A) (a)skae ﬁqm‘mqﬁ 10501°C\(CCTO-1B, CCTO-28B) (b)
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40000 i 10000

e (b)

32000 2000 =

-50°C

24000 — Cole-Cole

10° 10°

16000 L Frequency(Hz) w000 Frequency(Htz)
CCTO-2A
8000 CCTO-1A
2000 - 50°C
““-‘g’oo‘c‘ Lol n ol Il L 1 1 1
10° 10° 10° 10° 10° 10° 10°
Frequency(Hz)
40000 40000
\©) (d)
32000 - 32000
: 220°C 24000
24000 |
200 —Cole-Cole
: ‘ A o I
10° 10* 10°
16000 ¢ Frequency(Hz) Ry Frequency(Hz)
[ CCTO-2B
8000 = CCTO-1B 8000
-5A0 OC 1 1
10° 10° 10* 10° 10° 10° 10’ 10’ 10° 10’
Frequency(Hz) Frequency(Hz)

Al 4-6 uansdnsiiladianesa, (&) muagundainunann Turae 100 Hz s 1 MHz
way 9NN 50 °C 99.220.°C 983349 CCTO-1A (a), CCTO-2A (b), CCTO-1B (c),
CCTO-2B (d)-aanunsnuand Ina-laa wlon yestogailiainnismesesuazainngus Tu
a9 CCTO

LﬁaﬁmfmmiLU%"EJuLLUaQﬂ"]mﬁ"Lm@Lﬁﬂm%ﬂﬁuqquﬁuazmmﬁ%éfaﬂL%uﬂﬁw
Anuduitudszuitemaneiladdnmsniisuiuaiufiasealnnd daandunind 4-6 910
amaziiuimaaileBidaniniuian CCTO Mmsoulivnianiegauansiniiladidnain
a¢ anudduazaladidnns s lausuiignmg Tgstuuasfidideudinsdiludas
AuA 10°-10° uazlutasgumgil 10 “CH4 50 "C wazainamil 4-6 aziiiuindinsiiladidn
pEnfindssunszduilesangumaimstuaziianaiieunas (Relaxation time) finudi
getulunnag CCTO MnFoulld ioduwmamdsnunsedulutan CCTO Awdould fos
FounsmilTeuiiisudinaiiladidnaindldainnisaasadameinuasandes (fitted
curve) fudnannged Taegld wuudiaes 1na-laa (Cole-Cole model) fsaunnsi (4-2)
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g=c-je"=¢, P __8"" (4-2)
1+ (jor)”
el g, D ﬁaﬁiﬂmﬁlﬁﬂﬁﬂﬁmmﬁqa (High frequency limits of dielectric permittivity)
& Aorladiana3nain (firudiein) (Static of dielectric permittivity)
T FarnanivhliinnisHousae (Relaxation time)

Tnafianduys o azfianszuing 0 89 L@ mSunssuansdumuuuusaesvoLs
ov1e o = 1) lunsdiit Avessauds oL <1 wansimssuanduiatuiiosanlalnaludi
ansfiinaIveansIkanetu dadiu Famsodunelilneanuniswesgiugennswi
Windudlodus o fdanas 9naumsT (6-2) aunsamidn T uag OL v89nsiinmatiy
nsseuaanslutan CCTO MnFould Inenrsuiuiisusuusannaunislildnsmnsaiu
ASININNNANITNAABY AILEARILUNINLNTA (inset) Yo WT 4-6 (a), (b), (c) wag (d) dnsu
Tan) CCTO-1A, CCTO-2A, CCTO-1B, CCTO-2B mMuany

155 -150
(a) CCTO-1A (c) CCTO-1B
-155
160
=
-165
—— Fitting of Data -17.0 —~ Fitting of Data
-175 : : E(r)z0.0Ql &Y 475 \! E(r):0.100 ev
30 35 Lo 45 50 2 & ™ i 50
1000/7(K") 1000/T(K7)
-15.0 4150
(b) CCTO-2A (d) CCTO-2B
155 -155
160 C; 160
\5’ =5

165 -16.5

-170 _ < Fitiing ofData -17.0 —— Fitting of Data

e , E(c)=0.092 eV. 78 ‘ (E(x)=0101ev

30 35 40 45 50 oE 35 40 45 50
1000/T 1000/T

AWl 4-7 nemluansmuduiussevdng Ln (T) #U 1,000/T (Arrthenius plot) wesTaniae
0 CCTO-1A (), CCTO-2A (b), CCTO-1B (c), CCTO-2B (d) MtmSaua1nua CCTO aa87
asazanelnawasinlslsda
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INNTMANUETUSTENIN Ln (T) uazdunduvesganil 1000/T Aauanslunimn

7l 4-7 anunsadamAsmdnudmiunssdunsiswaneduld daunisi a-3)
E
=\ T
T=T7, exp(—) (4-3)
k, T
dlo ks AoANAITlUSTLNY (Boltzmann constant, 8.6173324x10 %eV/K)

Y o

Er ADNAIIUNTEAUANSUNISHNATRENLYTU AL

q

a

T, 9 pre-exponential factor HANIAUIULIAVBINTIUANLYTUNQUNN LAY

U

wagndsnunsedudmsumaiesuanietulubsaziiegne aslafmisnd 4-3

4. wan1sAnwAIN sl luveuinsu (Grain boundary) Tudsn CCTO Twseulddae
wadaduiiaug (Impedance spectroscopy)
wlefnwinisuiliinflveuinsusesAmamAduaudluian CCTO MwFeosldilag
AMuIneINaNnTTl (4-4)

Z*zzl_jer:#
joe C,

Ine?l Z" AoAdunuauiBgau (Complex impedance)
Z' Aod1uaswedn) duiaud (Real part of impedance)

Z" foduAUnnINTDIA DUNLALS (Imaginary part of impedance)

s 5 g A
C, Anulalaeldadunig =2

PNEUNTST (4-0) zifuinduisaudidudon (Z) Ussnousedinass (Z') wazdu
Juann (2")-lewgunsmlsaneniduiiudssvinsdatiaTauayawdunanmlutanlauew
19B18nA3N2USENaURIBAS RGN 2 29 s?imuﬁmmﬁm%uﬁmmﬁqa wazdAANAIUNIY
Toedidonndeiv MATTNFINNUVELNSY AIUASIIINALE N R EIRNTIALR M TTiAd
SAdenanariiAMENNNINALEDAARABINUATAINAILN T ULNSY Tans vAudunus
seninsduasavdanlunanludag CCTO-1A, CCTO-2A, GCTO:1B Way CCTO-2B uanalg
Tunni 4-8 f9 8-1T@) e udY a1nnandt 4-8 (@) Tadd) iloguugivesian CCTO
dutuilindanunsedueidssgdaseiivaunsuldsunasiuiulneyili fanladidn
#3n CCTO fidladidnminiigadulngasimilinanmiusunuiianadutan CCTO Fauang
Tunwdl 4-8 1 4-11 (@) wegAwnunRnTgy Ao fifindunseUszgdassindanuin
woflnzduvaunsuld TnefidnaufuvIuYeweunTU AAMUFIUNILYBRNTY AALT
lad1dnA3n uagAunaudnisgayde vestan CCTO flgamgil 150 °C uagaud 1 kHz
wanalslumsnedl 4-3
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A13197 4-3 uanarnasfiladidngsn Awnuaudnisgadeladidnain AnudunuTeLnIy
(R $ATAIMUAIUNIUVDIVOUNTY (Re) dNMTUTAR CCTO-1A, CCTO-2A, CCTO-1B wae
CCTO-2B 7igaunigil 150 °C uazAud 1 kHz

Tan) Anafiladidn | and | Anuduniuvennsy | anudiumuseunsy
frege | w30 (&) (Ry) () (Rep) (MQY)
CCTO-1A 4910 1.003 640 0.43
CCTO-2A 6020 1.876 80 0.14
CCTO-1B 16900 1.966 52 0.05
CCTO-2B 15500 0.407 25 0.047

AT 4-8 §9 4-11 (b) way () BARINSINAMUFUTUSTZNIN9EINAS (Z') wavdiu
Junnmn (Z2") ﬁqmmi 150 °C %amnmwwuamﬁamémqﬂamlmyjﬁmmﬁqﬁLﬂuﬂaﬂu
AIUNIUYBIVOULNTU dIUAIIUAIUNINYBUNTU Y1 LARINIndALNY (Z) TRIROR
(Z" =0) MNNFNENITAVONLATIAINIINATUNIUDDS 66 CCTO-1A, CCTO-2A, CCTO-1B
way CCTO-2B weuldussnaumediuuanisdilndinfiin sy wazdruanudiuniudiian
unduilowIouiiouldfuiaes RC Adatuuuvvuiuudunderudunuuoynsu (RC
Element) S fuduiidrdaiiviliian ccTo aladidnedniigs viefiGondn Yanlauewst
lndidne3n Fsaonadoaiunisnaaesvesnguiindse iy (4]



2000000 : : :
CCTO-1A (a))
1500000 |- -
~
=
©
S 1000000 - —=-70C -
N —e—90°C
0
500000 SprTTTTTYTYY e ue
o v 130%
~«150°C
0 1 | 1
0 500000 1000000 1500000
Z'(q.cm)
800000 : : — . : :
CCTO-IA | (o : CCTO1A
8000 o
600000 § " -
g ':\" 4000 .'.
\_Ci 400000 200 f -
N at 150°C
' o 1000 . 2000 - 3000 4000 5000
Z'(c.cm)
2000004 L -
at 150°C
0 T T T
0 200000 400000 600000
7'(Q.cm)

2000000

800000
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AN 4-8 NTTALEAIANNENANUEIENIIEINIFE (Z) wazdruIuma1n (Z") vosAnduf

wudidedou (Z°),dmsuian €CTO-1ATuvasgaimgd 70 °C fis 150'°C (a) fignumail 150

"C (b) uag VEYAIARAMIUIURAINT 150°C ()



2000000 : : : :
CCTO-2A (a) |
1500000 . -
~~ e o
5
E 1000000 = 70%C -
N —e—90°C
—a110%
500000 -
v 130°C
~ < 150°C
0 N 1 1 1
0 500000 1000000 1500000 2000000
Z'(0.cm)
200000 - : . . — ——
(b) CCTO-2A © | cco
1 —~ 3000 L]
5 i
’é\ 150000 < |
©
G 1000
=~ 100000 - f 150 |
N O NNReT 70 a0 ad
S Z(c.cm)
L L mu®® el LT |
50000 - -
at 150°C
0 T T T T
0 50000 100000 150000 200000
Z'(c.cm)
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AN 4-9 NTRUEAIAMUANARUSILNI9EINAIS (Z) wazdruIunan (Z") vosAndud
WUt (Z2) dmsudan CCTO-2A Tutisgaivigll 70 °C 81 250'°C (a) Moaumnil 150

°C (b) uay VIUAIRFAAIUTURAANT 150+°C (<)



1200000

CCTO-1B

(a)

—~ 900000 .
&
©
C: 0
\:l:l/ 600000 —=—70°C A
! —e—90°C
300000 —-10°c
—v—130°C
—<-150°C
0 1 1 1
0 300000 600000 900000 1200000
80000 " : 'zoooz, ('gicm) — ;
(b) . CCTO-18 ~ [ L oo
] - 1500 T~
60000 - d . i
/E T\" 1000 ._'
é 500 f...
— 40000+ at 150°C 1
'\Il = 100 200 300 400 500 600
Z'(.cm)
20000 '-"\ _
at 150°C ’
0 T T T
0 20000 40000 60000 80000
Z'(©.cm)
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AN 4-10 ATIILANIANFUNUSTE WU (Z)) haza1uuna 1 (Z") vo9A1dud
wudliedeu (Z2) dmsuian CCTO-1B tutisoamigil 70 °C A1 250'°C (a) Moumngil 150
"C (b) uay VIUAIAFAAIUTURAANTA 150+°C (<)



2000000 —— —
CCTO-2B (a)
1500000 - -
~
e
©
S 1000000 | = 70°C
N e 90°C
—a-110%
500000 |- RN -
—v130%
SRRRR < 150°C
0 1 1 1 N 1 N
0 200000 . 400000 = 600000 800000 1000000
Z'(Q.cm)
800000 : ; : . - .
4000 E —— .
] (b) CCTO-2B () : CCTO-28
= 3000 . u
— 600000 4 = 1
E \':" 2000 -
© ‘ o
\C}/ 1000 F
N 400000+ / at 150°C I
! 0o 100, 200 300 400 500 600
Z(0.cm) 1
L LL) L]
200000 - - .
at 150°C
0 T T T
0 200000 400000 600000 800000
Z'(c.cm)
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AN 4-11 ATIILENIANFUNUSTE WU (Z)) haza1uuna 1 (Z") vo9A1dud

wudldsteu (Z7) dnduian ccTo-28 Tuthsgaumgd 70 °C fs 150 °C (a) Migaumndl 150

"C (b) uay VIUAIAFAAIUTURAANTA 150+°C (<)
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60 °C _ E E(0588eV) | 60 °C
10% 5 10°%
£ o2 E
F ggﬂ C
’g‘ma u ’51055
=g:/ E 20 22 1000/1_(2}.(41) 26 =9/ E 18 21 lOO%‘;T(K,l) 27 30
N 10% N 10
i 200 °C i 200°C
0% 10k
I CCTO-1A (@) L CCTO-2A (b)
102 M| | | L 102 Ll Lol Ll P
10° 10° 10* 10° 10° . 10 10° 10 10° 10°
Frequency(Hz) Frequency(Hz)

22

24 [
1000/T(K?)

CCTO-1B

Lol

ol T ST

10°

10*
Frequency(Hz)

10* 10° 10°

Frequency(Hz)

10°

AT 4-12 N3 NBAR AL IRNUSSLE19EIUASe (=27 TiUBsunUasniuaaud 910999
9aun il 60°C 89 200 °C d1m3UTag CCTO-1A (8), CCTO-2A(b), CCTO-1B (o) Uag CCTO-
2B (d): nINUMIN UEMNTINANNEMLETENIN - ING ; iy 1000/T

ieAAEI A LEasalunsagua neanE L uTsan Tuveun sy THa
AnsiilaBLansEniae deamanmdsuiinszduiteriliian st luveuinsuvesia
CCTO-1A, CCTO-2A) CCTO1B 4@ CCTO=2B filmsuusiisansavanslndmeslnlslsda 3
ansnsamualwlaE(Arhenius taw) aunas i (a-5)

(4-5)

— —Egb
ng Y eXp( kBT )

lne? oy AoAran il fveunsu (Grain boundary conductivity) B3Usamun15A

1610 oy =1/ R, wazen
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T AeAgauuniilumhieiaaiu (K)
E,, Aondsunsedudmmivaninidnluinfiveuinsu (Activation energy for

conduction at the grain boundaries)
A ¥ o 1 _ " dl ! "
Ry ARANATUNIUTDITEUNSUYSZLNAUNT1ARA Ry =22 1 Inevial 27

Tudan CCTO-1A, CCTO-2A, CCTO-1B wag CCTO-2B nlaainnsinadnuduiussening
AMuduay (—Z2") askanslunind 4-11 @)-(d)
k, AeAsiivasluarisnu (Boltzmann constant)

NNNTMANUANTUSIENIN NGy, fiu 1000/T Tunwunsnuesninil 4-12 @1anse

AuramAngdsuiivi A s i ve uinsuldvinfu 0.588 0.563 0.523 0.603
Bidnnsoulian (eV) dmsu Yag CCTO-1A, CCTO-2A, CCTO-1B uaz CCTO-2B Muadiu 9%
winlddAmdan Ey, fveuinsunmualddiniuiag CCTO-28 Sanunniian dsaenades

Y i a

UAIAMUAMUNIUYeURUINsEliAAngn ATlABLENATNUINTEA WaZATULNUIAUANS

[

A
geyidsaIniign Lﬁam%mﬁwﬁma@ CCTO-1A, CCTO2A, CCTO-1B kazaziiui1an =

IrgaTuiloAANUAULATEUN TUNINTY FsRTnaNIunseRuTveunsuidumivsuen
farnsgaydeladidnainiicTluTan CCTO-28 Mwsauldsny na1afe dianudunIuivey
nsudeann ansgeydeladidnasnazlintos nivdanifiAnanudumuiiveunsus

5. nansAnwAlAsilladianAsniAsuRTAsAUA A sindlaufunszuansa (Dc bias
voltage) Tuvauinsu

iieBudunavesmsthluinvsuinsutuian ccTo Ansouldluidodisinuindos
Anvmavaamsthlnlihnszuansiivouinsulagnastiisninmssdnddveuinsundigraiiin
Juiu AraeiileBidnesn Ainuaudnisgadelaianssn lulan CCTO fiwdeuld fuanw
mefngiagdiuasann 0d 3.2 Taav Bsmanisnnasiiandhun i3 (a)- 4-16(a)

AIN8:13 (a) wansAIRlaBiEnaSniABuRuA A adng AN 0 B9 3.2 Taav
V89¥dn CCTO-1A nmmileAaEsdngntuaTiadEnesnatifiniu Inefidnnusig
dngilndnlussBundnuiinssiuliszdassiivounsuiiindanuinntudeiudilas
Bnn3nTailegetu Anaiudutesnlndidnminiaonadeeiu pmausiuniuresvouinsudi
anaq fauanslunImi:13 (b) ananagiiuldiamnnudim e swouinsuanasain
5.82 MO (Ju 0,047 MO ilgamansadngifutuaance 85 3.2 Thavt uarluvmzdidnnny
Frumuvennsuiiansii 120 O TnelddmsiiReumasiuraussdingily dduaziiu
ldnisnseiunasausenisiidanusisdndgdeunaunssiansasiinalagnsesiunisanas
vosrnATIiuUiveuInTy Sanisanaswesmanudumuiiveuinsuiisdsalasnseiu
nafistuvesrasiiladidneinlutan CCTO-1A Mwdould nmunsnlunmd 4.13 (a) uans
nywleuduiusseninsenaeiiladidnainiianud 251 Hz 1kHz 2.5 kHz 10 kHz 25 kHz 35

kHz wag 50 kHz Wawlsufuaiudiedng 0 89 3.2 Thasi n it 4.14-4.6 @) wag (b) wans
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AAsilaBLENA3N uazAREUNLTveuINTUBuRUAIALAE LT U 0 F
3.2 1aavi d1m5udan CCTO-2A CCTO-1B wag CCTO-2B Mua1au 91na1naziiuladn
waAnssuvesansiiladidnninlutan CcTo Mwdoulfviloudufuian CCTO-1A ndnde
Ansiiladidnasnavifiuduiionnumsdng Wiuain 0 89 3.2 Taavt wazArAmuduNLR
YaunsuaIranasionusdnddinen 0 s 3.2 Taasi Arasladidnesn mnuduniuvey
NTU (Rew) ANUFIUNILYBLNTU (R,) T1ddR CCTO Adsuudasnuausisdndain o e
3.2 Taavi wanalslu ansneft 4-4

A15197 4-4 uansAAslaBlana3n ANnERIUMUTIvEUINTU (Ry) AUAIUNIUTIINTY (R,) Tu
Fan CCTO Naaumgiivies wsewmeisatsavatelndwesinlslsda Weiliuausiedng 0 s
3.2 lhavi

Vo) AMUAUNINYBY AUAUNIUTBUNTY (Ry) (MQY)
MBE | WNTU(R) 0-3.2V (D) | OV |08V |16V | 24V | 32V
CCTO-1A 120 582 | 1.84 | 0.43 0.12 0.047
CCTO-2A 15 3.08 | 0.59 | 0.14 | 0.044 | 0.017
CCTO-1B 62 0.92 | 0.20 | 0.05 0.02 0.008
CCTO-2B 21 234 | 157 |.0.53 0.15 0.05




20000

70

15000 T T T T T
(a) CCTO-1A CCTOA
(\{ uom,f.fii&;z / |
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6. wamsdnwanuliitunaduresnszugluiia (non-ohmic) Tuvauinsu

desnauandienalidudaduiudnaasniifvsuenisantfvesian CCTO 7
winaldiifismefiaziluussgndifioldfiudululasdidnnseindulely fafuiedu
nsAnsamdulidluniniitan cCTo fweulddeitarsasareiluldeu Juhta
CCTO FiwSeuléiamanuduiudseninedmnumadnduasnssualndi (curent-voltage)
ﬁqmmﬁﬁaﬂmiﬁ’fm%’laﬁa high voltage measurement unit (Keithley Model 247) 310
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ANHdus STt dUnsekalnihnliannmeaes wazaaunuliigsgaivinla
Waanuliiduldadu (Eb) auisamlalaenssainainnuruiwdunseualviln (Current
density, J) iAW1 U 1 mA.cm? drudaduuszansaesanuldidudadu (nonlinear

coefficient, @) Awandldain aunisi (4-6)

log(J, 7 J,)
O = —&5ns——
log(E, /E,)

Tnedien J; way J» fio manuviuwuunsssabiing 1 mA.cm?uag 10 mA.cm?
£, way £, femawlniih fduiusiuemumunudunssudlviing 1 mA.cm? uas
10 mA.cm? (MlAanAsIANNENITLETENINe dunalvidln (B) way anuumuuwdunszud ()
NIINAMUFUNUSTENINIAIAINAUILLUUNSEULELNTN (Current density, J) waga
zﬁmuivxl%ﬁﬁm%ﬁnmz%m"fuéf@Q CCTO-1A, CCTO-2A, CCTO-1B way CCTO-2B wanals

TuN N 4-17 T 4-20 () @anngna893as CCTO viannaTsizanlFaziiiudniianix
aun Wil an 0 v.em? Angzua i luusiazdagasiiAniaduiag Arpaauduanans

a

Tuusazianazilanliminiu Gedrauainingedn ) nildaindraaumnuiuu
nazualniin dewindu 1 mA.cm? Fadumnszuaivsuenisanudu uou-Toviusia Tutag
fipsenld Tnefimanasiniinguae &) Tusantadlrmnnuansinsaniistonlifmusern
aunn i ilenazinldenulfsinn sannastnaniaqNasauas £ daviiudan CCTO-1A,

{ =g

CCTO-2A, CCTO-1B @y CCTO-2B fAwanil 2709.21 4325.16 811.30 1342.35 V.cm™ &

I 24

mﬂﬁ'fﬁ?‘iﬁﬁuqm%’mnﬂmvﬁf@xﬁuﬁufﬁumm'mmumumwaumiuslufj”m cCTo @
it usazs udnaTuRdas A laBuaneT 0 nenanelwian CCTO Ml lndiinssn
gaaziiAn 5,79 daudan CCTO TiflArasiilaBianmangeasilAgy A1 daudn daudn
Fuusranuoerauliiludedi (hontinear coefficient, &) 1843aq CCTO m3ould
FavmnazUsuonaensuualiihfudsusaniodousudraumlii iy §1¥aq ccTo #

wieuldiian anlania Tan CCTO Mwdsulfiufinasdatuuasnszualwiinating
modiie e WiAdmslfusiasetneen G Addurafideuaniepanuaunsalu
navin ey na i usan IRNNSAENE AI0NANT 417 i 4-20 (b) ArduszAnSves
Al udadu (nonlinear coefficient, @) & m¥udan CCTO-1A, CCTO-2A, CCTO-18
uag CCTO-2B flAwinu 5.42 15.39 12.00 7.26 Faannswaziiuléintag CCTO-2A uay

CCTO-1B azilAn a unwedazirludszandldaudiululasdidnnsedndld Fean
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aunInilngegn (£,) waz Andudszansvosnuliiudadu (nonlinear coefficient, @)

wanallumisnadi 4-5

Sansavanglndwesinlslsda

AN99T 4-5 uans Ardulsransvesnuliidudadu e iniingege lutan CCTO-1A,
CCTO-2A, CCTO-1B uag CCTO-2B Lases

Tansieg auulniinasan (£,) Aduuszansvosnailiidudadu
(V.em™) (nonlinear coefficient, )
CCTO-1A 2709.21 5.42
CCTO-2A 4325.16 15.39
CCTO-1B 811.30 12.00
CCTO-28B 1342.35 7.26
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