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Abstract

In this research, CaCu,Ti,O,, (CCTO), NiO-based, CuO and (1-x)CaCu,Ti,O,,-

XLy 4, Tl 0Ny 0 (CCTO-LTNO) nanocomposite ceramics were synthesized. X-ray diffraction

0.30 0.68

(XRD) and scanning electron microscope (SEM) with energy dispersive x-ray spectrometer (EDS)
were used to characterize the phase formation and microstructure of theses ceramics, respectively. The
dielectric and electrical properties of the synthesized ceramics were investigated in the frequency and
temperature ranges of about 10°-10" Hz and -50-200 °C, respectively. The research is divided into
four parts as the following.

First, the dielectric properties of CCTO ceramics prepared by three different methods—a simple
PVA sol-gel, an egg white, and a polymerized complex—are investigated. It is found that the

synthesized ceramics exhibit the microstructure that consists of grains and grain boundaries. The values
of € of the CCTO ceramics prepared by these three methods are found to be in the range of

1.0X10"°-2.0X10" at the frequency of 10° Hz. Interestingly, €' of the CCTO ceramics prepared by
egg white and polymerized complex routes is nearly frequency independent in the frequency range of
about 10°-10° Hz. The dielectric relaxation behavior exhibited in the CCTO ceramics can be well
ascribed by using the Cole-Cole relaxation model. The giant dielectric response in the CCTO ceramics
may be attributed to the electrically heterogeneous structure, consisting of semiconducting grains and
insulating grain boundaries. As a result, the internal barrier layer capacitor (IBLC) effect exhibited in
the special structure can result in the giant dielectric response of the CCTO ceramics.

Second, the investigation of the giant dielectric response in Li Ti Ni, , O (x = 0-0.10 and
y = 0-0.15) prepared by a polymer pyrolysis route are studied. The XRD and SEM-DES results
demonstrate that the Li and Ti doping concentrations have remarkable influences on both of the phase
formation and microstructural evolution of the Li Ti Ni,  _ O ceramics. It is found that the Ti"" doping
ions prefer to form the second phase of NiTiO, phase; in contrast, the Li" ions can easily substitute the

Ni*" sites in the NiO crystal lattice. Interestingly, Li doping has a large contribution to the substitution
of the Ti'" ions on the Ni’" sites. It is observed that the NiTiO, particles largely accumulate along the
grain boundaries and on surfaces of the LTNO ceramics with Ti = Li. However, such large
accumulation can be removed by increasing the Li doping concentration. The microstructural evolution
can suitably be ascribed based on the liquid-phase sintering mechanism. For the dielectric properties,
all of the Li TiNi, O ceramics exhibit the giant dielectric constant, €' ~10°-10°. Two sets of
relaxations are observed in the dielectric spectra of LTNO ceramics with Ti 2 Li. Both of the LFR and
HFR can be well fitted by the Cole-Cole relaxation equation combined with the dc conduction term. It

is found that the oxygen vacancies in the ceramics induced by annealing in Ar atmosphere have a great



influence on both of the LFR and HFR processes. The total resistance and grain resistance of the LTNO
ceramics increase with increasing the oxygen vacancy concentration. These changes in the resistances
can cause a dramatic change in the dielectric properties in both the LFR and HFR processes. The
increase in the total resistance is attributed to the transformation of the semiconducting surface to the

insulating surface. Consequently, the additional polarization at the interface of surface layer and the

inner part can raise the low-frequency €' of the LTNO ceramics. The decrease in € at a high

frequency range is attributed to the increase in the resistance of the grain. Besides the Li TiNi, O

1-x-y

ceramics, the Li Ti Ni, O ceramics, which are prepared by a direct thermal decomposition method

0, LiXFeyNi O, and

1-x-y

and a PVA method, as well as other NiO-based systems, i.e., Li V Ni

1-x-y 1-x-y

Li ALNi, O, are also studied in this research. The giant €' exhibited in these ceramics can be

ascribed based on the interfacial polarization mechanism, resulting from the inhomogeneous structure.
Third, the influences of the heat treatment in Ar and uniaxial compressive stress on the

dielectric properties of the CCTO-LTNO nanocomposites are investigated comparing to the CCTO

ceramic. The results reveal that oxygen loss in the structure due to the effect of annealing in Ar results
in the increase in the € value of the CCTO ceramic, but no effect on the dielectric properties of the
CCTO-LTNO nanocomposites. It is also found that both of €' and tand gradually increase with
increasing the applied compressive stress; while, €' and tand of the CCTO-LTNO nanocomposites
remains constant. As a result, the dielectric properties of the CCTO ceramic can be modified by adding
LTNO nanoparticles. The experimental results can be well explained based on the IBLC effect.

The last, the dielectric and electrical properties of CuO ceramics are investigated. It is found
that the CuO ceramics can exhibit the giant €' of about 10*-10°. The dielectric relaxation behavior
exhibited in the CuO ceramics nearly coincide with the ideally Debye relaxation model. The observed
giant €' in the CuO ceramics may be attributed to the electrical responses of the grain boundary and
inside the grain. The low-frequency €' value corresponding to the electrical response of the grain
boundaries is found to be decreased with increasing an applied dc bias, which is related to the increase

in the resistance of the grain boundary due to the effect of dc bias.

Keywords: Synthesis; Nanoparticles; Nanocomposite; Ceramic; Oxide; Giant dielectrics; Crystal
structure; Microstructure; Dielectric constant; Dielectric properties; Electrical properties; Polarization;

Dielectric relaxation; Cole-Cole model; IBLC model; Annealing; Uniaxial stress; Oxygen vacancy



Executive Summary

Recently, high dielectric constant materials have been playing an important role to the

electronic industrial because of their potential applications. CaCu,Ti,O,, and NiO-based ceramics, the

giant dielectric materials with g'~1 03—105, have been investigated intensively both technologically and
scientifically. However, the suitable dielectric properties and the clear explanation of the origin of the
giant dielectric response in theses ceramics are still missing. Therefore, the aims of this research are to
improve the dielectric properties of the CaCu,Ti,O,, and NiO-based ceramics and to ascribe the origin
of the giant dielectric response in these materials.

In this research, we have successfully prepared the CCTO and NiO-based nanoparticles. Four
kinds of giant dielectric materials, i.e., CCTO, NiO-based, CuO and (1-x)CaCu,Ti,O,,-

xLiy 50Ty 0oNip sO (CCTO-LTNO) nanocomposite, have been synthesized. Throughout the research,

0.68
several techniques are used to characterize the prepared powders and the synthesized ceramics.—phase
formation and crystal structure can be confirmed by the XRD result, surface morphologies and chemical
compositions in the microstructure are revealed by SEM images and the EDS profiles, respectively. The
dielectric properties and electrical response(s) of the synthesized ceramics are investigated in the
frequency and temperature domains (10°~10" Hz and -50-200 °C).

The first part of the research is to prepare the nanoparticles of CCTO by three different solution

routes—a simple PVA sol-gel, an egg white, and a polymerized complex and investigate the dielectric

properties of the synthesized CCTO ceramics. The giant €' is found to be about 1.0X10"*-2.0X10" at
the frequency of 10° Hz for all of the CCTO ceramics prepared by these three methods. We have
found that the CCTO ceramics exhibit the microstructure that consists of grains and grain boundaries.

The superior dielectric properties of the CCTO ceramics prepared by egg white and polymerized

complex routes is obtained—&' is nearly frequency independent in the range of 10°-10° Hz. To
ascribed the origin of the giant dielectric response in the CCTO ceramics, the dielectric relaxation
behavior exhibited in the CCTO ceramics are fitted by the Cole-Cole relaxation model. It is found that
the experimental results can be well described by using this model. Hence, the giant dielectric response
in the CCTO ceramics may be attributed to the electrically heterogeneous structure, consisting of
semiconducting grains and insulating grain boundaries. Consequently, the internal barrier layer
capacitor (IBLC) effect exhibited in the special structure should result in the giant dielectric response
of the CCTO ceramics.

The second part of the research is to investigate the giant dielectric behavior in Li Ti Ni, O

1-x-y
(x = 0-0.10 and y = 0-0.15) ceramics, which have successfully been prepared by a polymer
pyrolysis route. The XRD and SEM-DES results reveal that the Li and Ti doping concentrations can

strongly result in the changes of the phase formation and microstructural evolution of the Li Ti Ni, O

1-x-y



ceramics. We have found that the Ti"' doping ions prefer to form the second phase of NiTiO, phase,
which appears in the microstructure both of grains and grain boundaries. In contrast, the Li" ions can
easily substitute the Ni*" sites in the NiO crystal lattice. Interestingly, high-doping concentration of Li
ions can promote the substitution of the Ti' ions on the Ni’~ sites. As a result, the NiTiO, phase
cannot be detected in the LTNO ceramics that contain Li doping ions more than Ti ions. The

microstructure analysis reveals that the NiTiO, particles largely accumulate along the grain boundaries

and on surfaces of the LTNO ceramics with Ti = Li. However, such large accumulation can be
removed by increasing the Li doping concentration, corresponding to the phase formation analysis. The

microstructural evolution can suitably be ascribed based on the liquid-phase sintering mechanism. For

the dielectric properties, all of the Li Ti Ni, O ceramics exhibit the giant dielectric constant, g ~

1-x-y

10°-10°. We have found that two sets of relaxations are exhibited in the dielectric spectra of LTNO

ceramics with Ti 2 Li. Both of the LFR and HFR behavior can be well fitted by the Cole-Cole
relaxation equation combined with the dc conduction term. This part of the research has also
investigated the effect of oxygen vacancies on the dielectric and electrical properties of the LTNO
ceramics. We found that the oxygen vacancies in the ceramics, which are induced by annealing in Ar
atmosphere, have a great influence on both of the LFR and HFR behavior. The total resistance (R,,)
and grain resistance (Rg) of the LTNO ceramics increase with increasing the oxygen vacancy

concentration—R__ is enhanced after annealed the samples in Ar. These changes in the resistances can

total

cause a dramatic change in the dielectric properties that relate to both of the LFR and HFR processes.

The increase in R, is attributed to the transformation of semiconducting surface to insulating surface.

total
Consequently, the additional polarization at the interface of the surface layer and the inner part can
raise the low-frequency €' of the LTNO ceramics. The decrease in € at a high frequency range is
attributed to the increase in the R, value because the concentration of charge carriers has been reduced.
Besides the Li Ti Ni, O ceramics prepared by a polymer pyrolysis route, the Li Ti Ni, O ceramics
are also prepared by a direct thermal decomposition method and a PVA method. The dielectric
properties of other NiO-based systems, i.e., Li, V\Ni, O, LiFe Ni, O, and Li Al Ni, O, are also
studied in this research. The giant €' exhibited in these ceramics can be ascribed based on the
interfacial polarization mechanism, resulting from the inhomogeneous structure just like in the LTNO
ceramics.

The next part of the research is to study the effects of heat treatment in Ar and uniaxial
compressive stress on the dielectric properties of the CCTO and CCTO-LTNO nanocomposites.
We have demonstrated that the dielectric properties of the CCTO can be improved by adding the LTNO

nanoparticles. The results reveal that oxygen loss in the structure due to the effect of annealing in Ar

results in the increase in the €' value of the CCTO ceramic, but no effect on the dielectric properties of



the CCTO-LTNO nanocomposites. We have also found that both of g’ and tand gradually increase

with increasing the applied compressive stress, while, € and tand of the CCTO-LTNO
nanocomposites remains constant. The experimental results can be well explained based on the IBLC
effect.

The last part of the research is to study the dielectric and electrical properties of CuO ceramics,

which are prepared from high purity CuO powder (99.999%). It is found that the CuO ceramics can
exhibit the giant €' of about 10°-10°. The dielectric relaxation behavior exhibited in the CuO ceramics

nearly coincide with the ideally Debye relaxation model. The observed giant €' in the CuO ceramics

may be attributed to the electrical responses of the grain boundary and inside the grain. The low-
frequency €' value corresponding to the electrical response of the grain boundaries is found to be
decreased with increasing an applied dc bias, which is related to the increase in the resistance of the

grain boundary due to the effect of dc bias.
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gunsalnediannssiindnldnusgadiaunsnaralutagiu lesdaguesendlndniimaladidnaings
11 1,000  awnsawdseanlailuaaengy Taanguusnda Jagunaslsdianasn (ferroelectric) 19U

v
' ]

Pb(Zr, Ti)O, (PZT) waz BaTio, Jagnauiiiluiagnilalwalauudnnds (permanent dipole moment)

9

ToglalwalWiwariianinsonazinGesmamuiiamasannliihmeuenilile dwaliiions
aauauasladanainiigennn waznguiiaasda waslsdianasnuuuiuantzas (relaxor-ferroelectric)

#alaun PbMg, ,Nb,,,0, (PMN), Pb(Zn,,,Nb, .)O, (PZN), Pb(Sc, ,Ta, ,)0, (PST) waz (Bi, Sr)TIO,

2/3
1%

¢ 1 Ao ag a_ A a o v Y ' =
ﬁaﬁlaaﬂl‘lfﬂﬂquuﬂﬂﬁimQUHHBQ'YI'NLWaﬂ'ﬁaLﬂﬂﬂﬁﬂ'ﬂqm'ﬂ{]ﬂﬂ’]ua%ﬂ’]ﬂiﬂﬂuWNIWWTQQ aﬂﬁﬁliﬂ(ﬁnﬂ

aaeiiladianasnyaniggnigasnguiiinmsdsunlasmugamgiuadgeannunn Taganwizgis

gamgiivaamsiasulasiasndn vsaniGan aamaies wadsnanidualitiadadinauaztuded

R.

4

lidasmsdmsumaihlddszgndldonulunara g su (Wu et al,, 2002) ey lumsuszhvg

H

aunudszgdmsuldnulusasinihi Jagleddneinildnuszuinuwiudidninsavasdinulszy
o G ¥ A M ad a d o - v o v & a v ' ' v g a ¢
hdudasdianailodidnasniadesiveldiioulaidudndmeldansen g uimniagnldussavg
fieeeiladidna3nfidsuulasivgamgiiegnmnnuady duszaugnlaasliudsusimumunazena

a8

@l naliidaanudamadasasliihuazginsalmedidannasiniaseainieasivihaenarnil
wannniiaguasandlndlogdilnaifinem (lead) Wuasddsznavdaiiuansiy dremananenan

]
[ =

wanil Tagiiieanledianainguazlifinznidudrndsznau sumiianuedasmeanusauluzgs

9
v

anmgiinti ufluiaaiidasmsuasldiuanuaulastanndmiumaihainldnuaie
I@finsnumsdnnaniansladidnainaasianaanladinasendlng caCu,Ti,0,, (CCTO) s
wuhifuiaaiiimasiladidnaingann Tasiaszanm 10°-10° (fenwuddind 10° Hz) Fuiluei
nnnheasitladidne3nuasiae PZT via PMN uasiiddnyeaeiiladidinainuas cCTo fimiidaudng
mﬁmaaﬂﬁwqmwgﬁ 100-600 K (Subramanian et al., 2000; Ramirezetal et al., 2000) uaﬂmﬂi‘itﬁa
ccto fudutagilufiosnuiiuasdisznay (lead-free) Bnehe Mnauantameladidnainiiiuda



[y

anamiiinli ccto iutagladidnasnildsuanuailaduamaunansludusasmsnmiiugiums
Inenenaasuazludmuraimsuszandldnu dain Wu et al. (2002) lansnumsaunuiggaanlye
ﬁﬁﬂ'ﬂmﬁlﬂﬁlﬁﬂm%ﬂgmwﬂ (agfimvszann 10° ﬁqmwgﬁﬁamazmm?{é{ﬂﬂ'jw 10° Hz) uazdl
ngAnssuMeladianasnaamanu CCTO nn waklaseasalaidumwasandlne (non-perovskite) aa
O (LTNO) lagf

Faqundin LTNO  lilludaquaslsdianasn (non-ferroelectric)  wazlaifinznilussdisznau

Do

Fanamiiae Nio filaumelaasuas Li uas Ti viaaldauunuMmIBgnsIAdl Li Ti Ni,__
uanimilanniag LTNO ud mesiiladidnasniiguiisunhiuiaquniin LTNO  fsaansonwuldly
1,0 (Hsiao et al., 2007), Na TiNi, O (Jana et al., 2008),
K TiNi, , O (Jana et al., 2006), LiZrNi, O (Mana et al., 2010), LiWNi, O (Chen et al.,
2009), Li,V\Ni, O (Chen et al., 2009), Li SiNi, O (Lin et al., 2005a), LiPr,Ni, O (Dakhel,
2010) was Li ALNi

AN NiO ngudu 9 W Li TaNi Loxy

1-x-
1,0 (Lin et al, 2004) aghalsiany Tag LTNO é]’mmﬂui’aqlm&ﬁnm’%nﬁ
ihanlaiigalungu Nio wanil asnniimansznadzasmesiiladidnasnmuanuiitasiiyn

ilasnnhi¥ag CCTO uas LTNO Wuiagiifantiamaladidnasniiiube duluiagnsaasii
izldfuanuaulauasiimsdnmadianharns Tesmiddsdnannldissaduluins@nmifaiu
msﬂ%’uﬂqqauﬁ'&mql@ﬁLﬁﬂm%ﬂiﬁ'ﬁﬁ'ﬁyu mmgjﬁ'umﬁ%’ﬂLﬁaﬁnmmmmqwmmaﬁ@hmﬁlﬂﬁLﬁﬂm’%ﬂ
figanngaiiuidaiigionidesiuagaudetagiu ludusasmesiannuasSulsauiamaladinasn
v WuduilaSuanuaulauatldimsanmaenenadialimansathluldnuldase (Bender,
Pan, 2005; Kobayashi, Terasaki, 2005; Shao et al., 2007; Patterson et al., 2005; Kwon et al., 2009;
Liu et al., 2006,2007; Sun et al., 2008) TﬂElwfjﬂﬁ%ﬁmmwzmmsaﬂ%’uﬂgqauﬁa‘nwlﬂﬁLf?mm'%ﬂ
oFQENANle Ao

1. msiulsaismseSan Lf'.;aqmﬂfaqmiwﬁﬂ ccto sulvagilusnenuidelagnaasey
Tag IS msmufnsenuuuaauzuaeude (Solid state reaction, SSR) "z‘%qL‘Tju'i%ﬁLm'%auﬁ'lﬁi'aqmﬂﬂum
aumaluszauluasauuasfunaiishane sunslismnsamuauasdlsznauldaiauiuou duly
S’aqmswﬁﬂﬁlﬁ'awwﬁiﬂsqa%'ﬂqqua;aﬂﬂﬂﬁlﬁmmzam‘im%umsﬂﬂﬂﬂizqnm"’lﬁmuﬁq LU LAWY
Tulaseasi viadimsdulavaunsuifioUndiasdiadaaifdenasasiaaandis Tumeassiud
mso3anianuaEniin CCTO waz LTNO lagismataiiona q sansofuansiiaqueiidnnaayme
TuszéuinTuwes  wasiianuahiana (homogeneity) TInMIsssnansomuauasdlsznavlduiuay
(precise composition control) (Liu et al., 2006,2007; Sun et al., 2008) Lﬁaqmnﬂmﬂaqmﬂmﬁlﬁ'ﬁ
210 1usza U lUNns Nsun3adlaaaueie g 1u5’aq§qL?JunalnaﬁLﬁ'mﬁ'mﬁ’umsl,ﬁﬂﬂﬁﬁ%mmﬁ
viamaiamauasisiuinduldegenai demadinanil maduensiiagualesldizmamani
Hldgampilunszsiumsiodeniionnh Snmsianinsoldifiuiagauasdulunssuumsaiiilduug
daluldds dufaquaniin CCTO war LTNO fildnnmswienlasizmuaiiazianasymaly



szduinlues aldifumsmdulumawdeniaquaiin CCTO was LTNO fifisntidfiduasiisnasil
laddanasngala

2. M51Aanlwndn (composite) 6?;0L“flumiﬁﬁaqLa'%wﬁmwﬁﬂma’%u (reinforcement) 1u5’aq
%an (matrix) Lﬁaﬁw’lw"’lé’ﬁ’aqiwﬂﬁﬁauﬁﬁmqatiwﬁﬁuw%a53auﬁﬁﬁLm:rmasimmnehqﬁ’uaaﬂlﬂ
Tumadidasns

waniiaNnTaqueniin CCTO  waz LTNO ua) nseidgagalanuinigqusiin cuo
HhidnwilsTaquniiniifisiaeiiladidnasniigann Tasfimaglugie 10 89 10° (fanude 10° H)
(Sarkar et al., 2006; 2008; Li et al., 2009) ‘[ﬂﬂﬁﬁhmﬁlm5L§ﬂm%nﬁg«umé’an&inﬁmmsaLﬁﬂ"ﬁﬂﬂﬂ
duasiaaies Hlidashunszunumslaudalaaauii g duduluiagladidnainndy Nio wialidas
unssnumssnluussnmeaidasmuauuuuRiay asmnniaqunin cuo hufagiisinsaniaw
Iafaamaishnhidawniin CCTO way LTNO sawmsdsanansniadonlalutfanaiann snvadadiu

9 U

v a

gaiinmdunumsKaafinsuinauiiafisunuiaawsin CCTO waz LTNO aeuuiag CuO Iuily

L oJde

1
=8 @

anuiliiagladidneinihaulann  uasdaansouSulynaautitveedelidiiuld asdaaliiag
cuo ndunmeiiuiagladidnaindnsiiaiicninsoldssdusiiudulsznovnasgnsaididnnsaiind
e lov

FuiulumAdeiajuiumsdnmanianeleddneinuesiaquain CCTO uaz LTNO
wisnmedsuuuIndvarsds (@deldilusenunmsise) duluismsiedsuideussiueiisune
aymaluszauinluwns Wy mawsealagisiielgaiaa 35liun Bwedwasideday Imsaaad
yeenufau uaziswedwedlulalsda  wenaniiudr luniddeidaldnmaadaaiaquaia NiO
najuﬁ'uq 8nene 1w LiFe Ni,__ O, LiAINi,__ O, LiInNi,__ O udz Li V\Ni, O dwiuiaqusiin
cuo  lumAdsilldindeunniague cuo  Afienuudaniann (99.999%) NAUIEN Cerac uarly
mideildsldeianiaquainnureulndesas CCTO-LTNO ialildiaglusidiiantiad g Adau
Tasmahasiieasiladdnasniigunouassmagadamsladidnesn (and) fidr Mamsdienaades
damatldsuniasasdlsznaumaniimeluiaauazannznadanee  wy matiauiamaledidnasn
fasiuihasiimsgydseansiaululasaeundiu visfianuadssdaanuduitlddunnanns
wadan Fauiamaledidnainuasiaqunin CCTO uaz LTINO  meldanududslitnafinany
MsAnwINnau &1TuIaare CCTO  wag LTNO Hadsnlaazdnwlasmeila TGA/DTA, XRD,
Raman Spectroscopy, FT-IR, SEM uaz TEM antuiaausiiidanldazgminndadugiuasdnm
WOANTINMILNKTIN (sintering) Waz¥aqumiin CCTO, Taqau NiO wa CuO Aildnnmstenuiinazgn
i lddnerlaseasianiegania (microstructure) wazn1snauauaIneladianainlasldinaie
Impedance analysis 8% Board-band dielectric spectrometry muﬁ%’af’?uaﬂmﬂazﬁﬂmmsﬂ%'uﬂ@muﬁﬁ
meladidna3nuasiaaudr udrdsdnmnamgriasaduduaeimsiicaeiladidnasniigann suds

aNSwaraensauliaNsau (heat treatment) UUSIENNABISNDY, DNIWHVBIANINLAY, DNSNAVD



msuseaulnihnszuanse wazdndwaresiaquasuiidaantifmeladiana3nvasiaguniindlat

wazdaginluaanlndn  Nndeyanlannnudenivued iRemaiznnsomisnidgninngy

ccTo nfigndanuledidnainiiduazldasdanuiluilumsedeaiagnay CCTO, LTNO uaz CCTO-

LTNO inlunaulndn siumssdanugineanunginssumsnausuasnalodianainigann Tagaad

azaansnadaMauIsgasuduasmsiimasiladanainiigunnluiagnanille uazluaauvie

ylasamsmanazladayaiiugpuiddydmsumsieisnildnunasisgnguildalulusnan

1.2

1.3

1.4

o d
?G]ilﬂi%ﬂ\‘]ﬂ“llﬂi‘l‘[ﬂi\iﬂ'l'i

1.2.1 tefnmmaedsnisgaymeunlunas CCTO uaziaqladidna3nngu Nio filadaude
5uuuTvdatheheuasadsaiag CCTO-LTNO nlunaxlnda siuisiaginiin cuo

1.2.2 dadnnwgdnssumsuenuiinuazlasiahamamesasiaaunininieuld

1.2.3 adnnaniamaladidnainaasiagiioIauld

1.2.4 tiiedAnmndnsnazasmssulianuioumeldussenmeannsneu snswaresanuiduuuy
wnuidien dnswazaunduluihnszuanse uazdniwavasiaauaduiifinadaauiianms
ladianasnuaside CCTO, Taqnan NiO, CuO uazidsg CCTO-LTNO wlunaulnde

1.2.5 tieasneanvanissaEudurasmaiimasitladidnainiigannluiaands  cuo,
CCTO, 1a9naw NiO uaziag CCTO-LTNO wluaanlnda

1.2.6 waaunegulniiagdeaidndluglresindinszaulsyaendnau 2 au

VAULYAYDNIITY

1.3.1 038NIaQ@AN CuO, CCTO, TaAnaN NiO uazian CCTO-LTNO wluaanlnda
@835 SSR LAz BN NLANBENINBLUUAN 9

1.3.2 Anwnwpdnssumasneiinuazlasiaiumeamezesiaquniniiniowld

1.3.3 Anmanidnmaladidnein numansnasesmsaulianudoumeldussamaninau
answarasaMMAuLULNULAED BnEwazpussdulnihnszuanse wazdndnanasiag
isuiifideautiameladidnainuasiaquniiniieIeuld

aonuiinise

1.4.1 MAINand aninenemans avinendsauuiu 8. isg 2. 2auUAY 40002

1.4.2 IeNendns anInenaszauuiu 8. isg 2. uauuY 40002

1.4.3 madnilanduazidgmans ansinenmans sviminendedaslvl o,  iae 2. Faslui

50200



1.4.4 gudmaluladlonzuaziaquien® (MTEC) 114  gnenuingneansusznalne
0.wnaleBu 6.AaBIMTN 8.APIMAN .UNNIT 12120

1.4.5 gudmaluladilulasdidnnssilad (TMEC) 5174 w.1 0. flunnd  a. isq
2. RFUNT 24000

1.5  Uszlamfilanainazldsy

1.5.1 ldafuasdanufifteniuismsiodeniague CCTO wariagnay NiO athehaiiananse
Fuanzindifuneaymalussauinlumes uaslimsnssnadoimhiaue

1.5.2 Mansaduenziiagladiineiniiidasiladidnainiigunauszisimsgaidedas
sunsdienuadasmaledidnasndednsnanniladomeusnuazmeludi q W
wsadulwihnszuanse anadu gamall wosmanldsuwasasdsznauaiimeluiag
AN

1.5.3 sasnadneyaduduvisavazesmsiiaiaeiiladidnainiigannuasiaquniin
CCTO, CuO uazIgnnan NiO

1.5.4 mansoadainidequluifienuingduisadilandlusluesiaiioszduliayan
@AW 2 AU (A3, TNBTeY YL uaz PERIEE- naaly)

1.6  Tassasevasnaay

Tusnemdded Ussnaushe 5 dw ldud unfi 1 umb Saldasuneiemuddyuazianzas
P lumdse siuneneazdondu g Tasmusingasnidie unil 2 15sanssuuaznAsefiiada
Tuuniildadunsuazsrusmnnuiseinetsetunudseiilesuiudalymee g Aneduiiezuly
ATEEe ) Akuan wasdalauauusimunsuiulsanianmeladidnainlidanuamansaiiay
ilulFnuldase suasunil 3 mnaass azldasnediimmeasslagazidoauazneazidanyas
wailadilFlumsieszdens g luunit 4 mamsiseuazedUsena lanenunemdefisiaunmuad
T luamiaseil siumimsiensvuammaassdiamaiingng 7 9ENBLLDEN MBRRAUNMTBAUNENS
manaaasiieulasadeiugiumeduilanduasasudawasmaluih UNgamede unil 5 d5Una
MINADNLIZTDLFUDULUEL Lﬂumsaqﬂwamimﬂamﬁéwﬁmﬁwmu,aﬂﬂ”ﬁaLauauumﬁ'mﬁmu'ﬁﬂiu
vhdadasmanannauiamsladidnainuesiagiisimasilodidnainiiganniiasinluainae saamsld
aqutlymiliedunanuelunideid



NN 2 1FIUNITTNUASIUISN LN 8ITDI

2.1 enaimdimiulasiadeuazandianiladidnadnvas ccTo

2.1.1 mwgﬁ”ﬁﬂﬂLﬁmﬁu‘fﬁ'sm%ﬁmﬁnwm CCTO

Tagniaaailadlanninade (static dielectric constant, €,) MnnNFanaululnid (g,

v
o

> 7) 5(71L‘ﬂu’?ﬂ@]‘ﬂuﬂ'ﬂﬂﬂﬁlﬂaﬁﬂm%ﬂgﬁ (high-dielectric constant material) (Homes et al., 2001) ﬂiill
[ A o 1% = 4 . v o v @ Ao ] a o a < [
Tagnilassasnudnuuuwasandlad (perovskite) Inlungaiaanificnasilodidnaings uaziluiag

9
1

nfienudagagannlumstszgndldnumedumsdssavgaunsaldldnnseiing wWudunuilszy waz
aunsalanud) (memory device) Tassasnudnuuumasandladiilulassasinigasmaniids AMO,
Toaiilaaasdtusuluuas (coordination number) 284l8BAULIN M Uaz A AD 6 waz 12 ¢NSIOU

69NgN ACu,Ti,0,, WasNgu A

melulassaiazdsznaumegunssuani (octahedra) 289 MO, (Subramanian, Sleight, 2002)
2/3

Cu,Ti,0,, (11 A Ad Ca Cd La Sm Dy Y ua Bi)
Junguiagnilassasndnuuuwasandlad (Subramanian et al., 2000) ngniagaenantiaa

o=

]
a =

adLann3nfigann lag CaCu,Ti,0,, Wuiaqiifiaacladianaingege losfivssana 1.2x10° (7

u

—3

a

3

aouvivaauazaNud 1 kHz) Taseadandngas CaCu,Ti,0,, Wuuvugnunadaauaaslummii 2.1(n)
Togazmanuaunaifon (Ca) g o uviudazueasgmnafuasdnuiliazaanagiinagudnaua
anunad melulassadgninadisznaudegunsauavihaes Tio, $1nu 8 wihe daudadlumwi
2.1(2) T,mlLwia:‘nﬂmwmmqu:lJwﬁ"lﬁﬁﬂwmztﬁmlﬂiuﬁﬂmqﬁ'a:daLﬁﬂLﬂuizmugﬂﬁ'mﬁ'ﬂu%’@ﬁaﬁﬁ
panBlauny o umisauiag wasiiyeananasuasssnusUdmasuiadssdudhuninamauas
(cw) dlafmsanluyuuasiinfiviu asmansadanaldasdamuiudasmbawadanunaduag
15983 9MEN CaCu,Ti,0,, ﬁm'il,%'amiaﬁ'uﬁ'amzum?ﬁwﬁau%’q%’aﬁﬁawammaaﬂ%muagi YR RTIATN
Lwiazaglmmﬁlmﬁ'ﬂuLLazé'ausaulaaauwaq Cu” (Y Liu et al, 2005) JULUUMIIALEEIIAINGT
wilauhiimaifessinuiindsuiasanas cuo, lulassaduudn duaaslumwi 2.2

Tasmld msdnnlaseadandnzasiagmusanasasldlosnse Taslfinaiianis
Aenuurpsdend (X-ray diffraction, XRD) luw@an gﬂLmumil,'gmmuwm%’qﬁtanﬂu%’aqmsﬂﬁn
CaCu,Ti,0,, uwaIGIMuii 2.3 sUnvumsEsULIassidendildnnmmasssdinaniiaan
aaﬂﬂé'aqﬁ’uﬁagammgmmstgﬂaLuu%'qﬁmﬂezﬂui’aqm CaCu,Ti,0,, JCPDF No. 175-2188)
(Thongbai et al., 2007) U%H CaCu,Ti,0,, filassaaudnidunuugnuned



A 2.1 (n) wuudraaslasedsaudnaas CaCu,Ti,0,, waz (v) nilaniialasedasuudnyag
CaCu,Ti,0,, (a9uUa9971n Homes et al., 2001; Subramanian, Sleight, 2002 MNSEIAU)

58U CuO,

M 2.2 WUUIaadlaNEINHENYEY CaCu,Ti,0,, udaanstleaunmiueaszunsudani
TiO, Wanaanutluszinuaas CuO, (§oUUasaIn Y Liu et al., 2005)

8
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I, ) . .
T T T T T T T T T T T T (1)
10 20 30 40 50 60 70 B0
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]
Lol

At 2.3 sUuuumsiamwusidiendlundnuasiaaeniin CaCu,Ti,0,, isumauiiniigamgd
1100 °C (Thongbai et al., 2007)
(D) e lumswniin 6 Falua
) 1Fnanlumswniin 16 5l
(3)Jaaeadn (1) nasnnlianusaumeldussenmeaaisney
(4)Yageadn (2) vasnnlienusaumaldussenmeaasnau

Taamll inanseaalmnasssanduululasasndnyesiaquninmq 1 la
Tagmsihigguu g Wavldanuseumudaulanmmnzanmealdussemenisnau (Ar) vialulasiau
(N, sUuvumsdeuusidendlumui 2.3 Unlasasnanadiaquenin CaCu,Ti,0,, Lifinns
wWaguwlasmnusinaeetaandiaululaseadenanas lagdiuniseeeszuuda g zaagduuunis

& v o = . & o v 1% v o 1t
Wenuussdendlundn CaCu,Ti,0,, Mnauuazuasmsauldanusaumeldussenmeaaisnaulaising

wasuwlag

] ]
0} S =

a o a ' 3 & v g @ .:q' wa
'Jﬂ@lﬂ ﬂ’]ﬂ\?ﬂlﬂal,aﬂmiﬂll']ﬂﬂjj 10 I(ﬂﬂ‘ﬂ'ﬂ,ﬂLLa’JLﬂu’Ja@lWLLaﬂQaNUﬂ%’]Q

1
=

a o a < [ Aoy a a o a a v = « =
waslsdianadn saduiagniimasnladdna3inasuwlasmulaseasimdn asnnmadsunlas
o)l o aungiizasmstlasuulaslaseg$audn (Curie  temperature) AASNlABLENG3NTINNS

a ' ' < A v 1 A A ar 0w o @ v
wWasuulasmatnenad Fusainaniiudnlidasimsdmsumaihiagludszgndldnunassnan
NI IANNLEDEINNANNSDY (Homes et al., 2001) WaMIANMIIATNEINHENYDI CaCu,Ti,O,, N
aoungiiee ) Tagldineila neutron powder diffraction 14%31386 CaCu,Ti,0,, liuaasaniananslsd
@ne3n ssnnlinumsidsuwladesasuwdnmumsildsunlasgangil wirzesgamaiialiuis

o v

35 Kdayadame ) hennumsdnmnlesease@naes CaCu,Ti,0,, figanndl 100 K udz 35 K



a9Ua9eN519N 2.1 (Subramanian et al., 2000) FayalANEINNAN lumMINEUGUBIANNETEININANN
FauUpalANETNKEN CaCu,Ti,0,, Miasunaradlasadliamnsofeaulduihazangamgiacly

84 35 K Aeny

a

NI 2.1 TayauelATNETNKENYBYTAG CaCu,Ti,0,, NMuH 100 uaz 35 K

u

o . . MuuazaNNeMNUszglulaseds e
NaazdeAcN ) 2a9laseaing ? 4 .
- CCTO ‘namﬁguma ]
Wan CCTO :
100 K 35 K
NUILWINBEN DN
O-Ti-O 89.420(3) (deg) 89.479(3) (deg)
O-Ti-O 90.580(3) (deg) 90.521(3) (deg)
O-Ti-O 180.000 (deg) 179.980(0) (deg)
0-Cu-0O 95.46(4) (deg) 95.39(4) (deg)
0O-Cu-0 85.54(4) (deg) 84.61(4) (deg)
ANVEMNUGY
Ca-O 2.6024(7) (A) 2.6006(6) (A)
Ti-O 1.9611(2) (A) 1.95890(2) (A)
Cu-0 1.9675(7) (A) 1.9642(6) (A)
AMAINULaNNY (a) 7.39347(3) (A) 7.38246(3) (A)

(@auUasan Subramanian et al., 2000)

udNlANETNHENYBY  CaCu,Ti,0,, 3zdlasasnuuuwasandladasanulaseasn
m'ﬁﬂwaﬁaqma‘[sﬁnfmm%nﬁ'ﬂﬂ uAlATNENKENYRITAqEIIHNN CaCu,Ti,0,, lanansowaeuutasema
aavniildion  daiung@nssumaledidnadneasian CaCu,Ti,0,, Wlifewusiulnngmsaima
waslsdianasn wqﬁﬂssmmmsﬁ@iﬁﬂqﬁlﬂﬁlﬁﬂm'%ﬂgqmﬂ (wg@inssumalausudladianain) ludsg
néjuﬁazﬁmmLﬁ'mifmﬁuﬂswngmsdaﬂiﬁw wazuanwilannunagmsaims  waslsdildnasnua
azfiunngmsailatheiiiullldiienansodanalii¥ag Cacu,Ti,0,, sansoudaanginssumalauaud

lodidnasnle eavideanthaulansnaniazlananludads 9 T
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= o a va ac a
2.1.2  mawdsuulasiuaamgiizasaaniGmaladdna3nzas cCTO
nmsdnwnazasmsidsuulasgamngiideantiineledidnainianudlusdids
asnnanidmaledidanain (Wu aresiiladidnein’ aunuauduasnsgydamaledianasn

(dielectric loss tangent %3BLAHUUNUME tand) wazdu 1) 2aviaquninle 1 aztudiivuaany
manzananiaq ladane3ndmsumslszgndldnuluaiueng g (Hench, West, 1990) tilaannidglad
wne3niimeiladldnainulsmugamgidadiuvisgilimnsandmsumsuszgndladnu daums
o Yo adg a a od 2 oa & A g2 o & VA Ao HY) vy v o ]
@anldiaqlodianainlssaug i luiudiuuasgunsaldidnnsaiindiehiluadiaiiagnlddedisma
lodanasniiadasdannuiou Mldisgniimenleddnasnulsmugungiivaranamlieasinihng
gunsaldananililudmdsznauiiaenudameala (Wu et al., 2002)

Subramanian et al. (2000) leApwmantamaladidnnsnues CCTO luz

1
o 1 A

gl 450°C wamsnaans aauaalumnd 2.4 wuhmesiladldna3nigamgiiveaiiangs

Y

10 laeRedszanm 10° (Menud 1 MHz) waziienfiddsunlasmnugungiidniasludngungiivas

9 u
v =

4 250°C LLa:LﬁaﬁmsmwhLmumw‘fﬂmmsgmLﬁﬂwwamﬁlﬁnm%ﬂ wudﬂﬁdwﬁaamﬂﬁqmwgﬁwmm
300°C udiilagamgfigediu (1nnh 300°C) Mmunuauduasmsgadsmndladidnainasdafinanniy
%«%‘Jummﬁmmnmaﬂmmsﬂﬂmh?'\hﬂsxLLamﬂuLﬁami (dc conductivity) (Wu et al., 2002) Taanazad
mathlwihnssusasasinngiamunniudegamgiiiuinniuwssenuiandiag

350000 4.0
@ Relative permittivity . 5
300000 Atand : -
= 5 3.0
- 2 -
= 230000 A
k= “- 2.5
= 2 -
£ 200000 £ o
T Ay 2.0 E
= 150000 L =
S &S L5
- -
< 100000 .
E EJ 1.0
50000 0
0 i

a 100 200 100 400 00

Temperature {"C)

a

Mwil 2.4 Mesiiladdnednuazmunuaudaasmsgydanalodidnasneas ccTo ludrgunni

Y

25 99 450°C NANND 1 MHz (@9uUa9a1n Subramanian et al., 2000)

1 Ay ad a A A P ' o o o . .
ﬂ1ﬂ\11’l]1ﬂﬂl,aﬂ@iﬂ NIDUYULTINN ﬁﬂ1WHE]3J‘VlN‘l1’\Iﬁ1ﬁNWV|‘ﬁ (relative permittivity, Er )
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a va

Ramirez et al. (2000) laAnwnauasgumgiidaantianaladiana3nues CCTO

Y

Tozpengriwesgamgilumsdnm lungamgiidn Asnngamniivetanasia -263°C wud A1aed

T
1o

laddnainiigaumgiviasiienlnaideaiuamnlannsenudeeae Subramanian et al. (2000) uaziiai

a

Lﬂﬁ'auuﬂaqmuqmwgﬁﬁaﬂmﬂmaaﬂﬁwqmwgﬁﬁaqaﬂaﬂﬂﬁqqmw{]ﬁﬂszmm -173°C Lﬁ'aaﬂqmwgu
i -173°C masiiladidnainiinsanasaisdunau Tasfigampiivszsana -213°C Masitladidn
a3nanaslszanm 100 wh  eauaasluawd 2.5(n) Ferramsanatuamasiladldnasnaananiil
deadasiumsiiagaannasmuuudsaImsgadamsladidnain dauaadlumni 2.5(2)
mﬂswmmmﬁa‘”ﬂwmﬁgmmﬂi,iu“?;na'nmﬁamﬁaa‘gﬂlei"h Masitladidne3n
94 CCTO fehAauduasiinnantisgumgii -173 9 250°C uasiigampiilszana -173 °C éaedl
ladidna3nEnanasiugamgiiageduway Wainsanmunuaudasmsgdenaladidnesn wuh
Lﬁﬂaaﬂﬂ‘m\lgmﬂ%qﬁuﬁqmw{]ﬁﬂsxmm ~213 §4 -193°C Femaannwiiunngdinanilsaandasiy
msanasasmaeiiladidnnin Tasadefungdnssuinulunduiaqmaslsdidnasn udludsunims
Wasaansudananiliimsananumsidsuudaddasiadas ccTo vialifiimsidsumanas
Tasea wadananilliaanadasiuausamanaslsdidnedn snnudafinsannnuanuduius

szninmediladdnaindugamgil wuhanvazeasnnnlivsuandawgdnssumanaslsdianain

10000 @
1000 CaCuTi0, E
100 | ]
1wk (W) |
e f 3
£ ¢
01k -
0.01 . L .
0 100 200 300

Temperature (K)

A 2.5 Msdsuuwlaanuaamngiizes (n) Menladanasn waz () AUNULAUAYDIN TPy LT
maledianadn wasiaquesiin CCTO aavdapdnefianaiu ienud 1 kHz (Aaudasain
Ramirez et al., 2000)
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Ml 2.6 uaaemsudsuulasiuanugamgiizasaniinaledianasn (Mesiilad
< a [ o = = ac a 144 a a o [
NN (E7) UNURUAYBINFFLE (tanS) LLazmsgmuLaﬂmqlﬂaLanmn (€7)) NONNDGIN 7 dI115U
Jaiq CcCTO Minlundnideiuasnaendn (Homes et al., 2005; Wang, Zhang, 2007) fmesiiladian
a3nyasiaquandmiisinnniiaquninuuunaendn losiagniaasiaiailadianainuszana
10° waz 10° (1ANXd 100 Hz uszgaungil 250 K) mudau adnlsianumwginssumaladdnadn
289386 CCTO aavrilaiiianwazamenuiusgiann lassmnsoagUilulssiaundanlanaaluil
ILEEh

u

(1) @eRnsanienudlszana 100-200 Hz mesileddnadnieaasuuasmugamai

v
U A

lugrgamgiigand 50 K (2) tisangungiiasiingy 50 K aasiiladidnainlugianudbenniuild

T
a

manatadNAUNAULaziimUszIna 10° Nauugivhlnagamgiigudasmanysal Turngamgiiniins

u
a8

anasadsduNAuLaImasiiladidnein mmsgadameladidnainuasunuudaasmagadedie
iinduesnnamsuiumaasuaduirmaesiuiadumasiiladidnedn diumsaaassundu
spsmiiladidnasnastianuduiusiumaiosaannwuesmsgademeladidnasn visfiGent
masaurmemaladidngsn (3) Weriuanudzesanuliihmeuan nergumgiiimsanaseds
Fundunaseasiiladinadnuasiiavasmsgademsladidnesn nuniiazasunuauduasmsguyde
fmsidaudumislulufiemeasnamgiifigau daiumstausmemaladidnainaasiag ccto il

nalnfisnansanssaumeannsau

S (1) ()

r N

A

100 Hz

—O— 20 Hz
—&— 200 Hz
—O— 2 kHz

Dielectric constant
h Y ;
Dielectric constant

o]

T —m— 20 kHz

—— 200 kHz

50

100 150

Temperature (K)

200

<

A S

120 Hz
1k Hz

10k Hz
20k Hz
50k Hz

v
= AT MR g 100K Hz
O 6+ i —_
) o
g \ E Zhed
- al Q | 8
@ B T"‘) 1k
=0 . ’\ a 1
/B 7 . b |
P ‘o, l-‘- \n"‘w‘\/«']f" A 04
o gt Erais Yoo itnnpnnnen

100 150 200

Temperature (K)

250

Mui 2.6 Msildsunlsnuaumgiivasantianaledildne3nyesidg CaCu,Ti,0,, wuu (n) WENLHED
wae (2) WQENANUUUNIENEN NANNDAN T (FauUa9In Homes et al, 2001;

Wang, Zhang, 2007 eNN&IAU)
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2.1.3  uauaIANMdsaaNinnMeladiina3nzas CCTO ﬁqmﬂgﬁma 1

daildnananudluidafiiiuin autidmeladidne3nuesiag CCTO ansoudn
NeANTSNMSHAUAMEMILABLANASN e LLazLﬂquanssuﬁmmmﬂszﬁuﬁmamu‘?au e liheda
msednsuazhedarnuinla msassiugumasnalnmsisuamemaladidnainassiag cCTO
ansaasneldlasadangdnssumsidsunasiuanuisassuiamelodidnain o aamniicneq
ﬂ'wmﬁvlm5L§ﬂm'%n‘*zlaﬁaqammﬂuﬂ%mmﬁﬂwaﬂ5%mmmmsnlumsmauauawwﬂﬂﬁhw'm
nszumMsiwan sy mnmwit 2.7 Weknsaniigamaiile q wuh fmesitladidnainiimgaaziai
geluznemuieh udilarnufzasmnuitliiangy mesilloddnasniicanasesunad wadananil
tezldlasaseh mslwalswdumalinluiaamunsoifaldasauysaifienude udidaanudiia
innzumsnavauasmaluihiumsinalswduminsonavauasldiasmnn wodnssumaeladidnasn
Fananilanansnasingldaail lasmlumseausuasdesunuliihuesmslnalsudummnsoiaduly
ﬁaqnmﬁy'uﬂ #2199l 3807 “DanPasmsHaunme (relaxation  time)” fanuid msnaufiruas

amul‘mlf/'\hﬁmﬂ%’nmﬁm’;muﬂiﬂﬁmwuﬁgq AAUUNMSADUFUDNIN N INThNANNddIazansaN ey

Y ]
Il =

lapenanysal (NT1Z09I2BIMINAUNAYDITUINEMIUIUNTINAIVBINIADUAUBN LHDANNDUBITUIN
NNy Mmsnduiidsasaunuldnaatenad saiumsinmlswiuliansaneiule wisaunuil
nmsnaufiadaufiasinmsaavaussmaluih (DarsesmsnduiduesauiasninniiiaIveens
aaUTUBY) saiumasiiladiEna3nuas CCTO a:ﬁmaﬂauﬁammﬁgﬁu aaudalumnii 2.7 ila
qmwgﬁlﬁumnﬁvu nemudfisansanalifiamsnsvaussmslnihvdadrsiinsinan lswsuhady
athqaugsni%ﬂmﬂaaﬂlﬂel.u“zi’nmmﬁﬁgqﬁu Lﬁ'aqmwgﬁLﬁumﬂﬁuwﬁwmﬂaqssuuﬁlﬁlmﬁ'mﬁ’Uﬂ’li
aausussmaluihininaiudenalinmildlumseaususssinaniianas (mslwanlsisuausatie
Talunaiisaiiu wissammsina lsusuinanniu) é’ﬁifuﬁmﬂ’jmmu?{%gﬁu (VIAYBNIMINAU
NAYDIFUINDADT) LL(fim'ﬂwaﬂWdﬁuaEi’]qaugsfﬁﬂ'qa’m’ﬁaLﬁﬂﬁulﬁaﬁﬂqaugifﬁﬁiaL"fiaq iiasanms
mauaummﬂvxﬁ'\lﬂuaﬂnzqmwgﬁgwﬂﬁnaﬂﬁgumﬂdﬂL@iu
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~ 200pm
el 8

3 h tempered 48 h tempered
= 105 B (open symbols) (closed symbols)  _|
g v+, 481
=] *‘*H _‘_HH!
g | w3l 333300k
2 107 F . 77 ‘;\ z 25
35 3h \é— 6’04_'\‘ 6‘04_\ 3
% """" O e i s =iy i o Ty T
2 L S ey 1
CaCu,Ti,O,,
. polycrystals
10% [~ (silver-paint contacts) o038
) 1 s 1 L L Bt &
1 2 3 4 5 6

log, [frequency(Hz)]

=

Mwit 2.7 mswdsuwlasiuanudzesmeilediana3nlugiaamad 80 K fa 280 K dwisuTaeus

1
=i

§in CaCu,Ti,0,, NEumsunwiinfaamigll 1000 °C Wune 3 waz 48 #lus MWunsn

q u

UVUUTINAN YU NUHIINZBIEATINN CaCu,Ti,0,, (FAUUaIIN Krohns et al., 2008)

v § a o a
2.1.4 31Lﬁ@!ﬂaﬂﬂ’]iﬁﬂ’lﬂ\‘lﬁlﬂalaﬂmiﬂgﬂwa\‘l CCTO

daildnanmudilunaudud Jaaiilassauuuumesandlndiafiunguiaaid
Masitladidnaingann uasaunsowiaanldifluaasngu Taanguusnie JaaasTsdidnainuuy
Un@ 15y Po(Zr, Ti)O, (PZT) waz BaTioO, dauﬁﬂﬂtjwﬁqﬁa Faqulaslsdlana3nuuuiuaniaas
Pb(Mg, ,Nb,,,)O, (PMN), Pb(Zn, ,Nb, .)O, (PZN), Pb(Sc, ,Ta, ,)O, (PST) uaz (Bi, SHTIO, aans
sasnguilldgndnmaenhemsdmiumalssgndldnumedudidnnsaiing Wy DRAM (Dynamic
Random Access Memory) atdlsfionu ehasiiladidnasnuasiagnsdasnguiienfidsuuiaiv
g iiuadeann %qwawmm'sm?\'aul,tﬂaqﬁ’uqmwgﬁwaq@hmmﬂSLﬁnm%ﬂLﬂuﬁ'aa‘hﬁmém%'unﬁ
Uszendlaanu (Wu et al., 2002)

Sageanladiwasandlndg ccTo Wufagiifidasiiladidnasniigann (10°-10%) #n
mgaasunlasiugmmgiivasinnluzdgumnii ~173 1 250°C (Subramanian et al., 2000; Ramirez
et al., 2000; Homes et al., 2001) ﬁaﬂqmauﬂ'ﬁmqlﬂStﬁﬂm%nﬁl,ﬂmaﬂ ﬁﬂﬁ"‘i’ﬁqé’ménﬁlé’%’umm
suladuathannisluduzasmsinmyempumadnmnmaasuaziumalszgndldnu uasiliifa
fauiihaulamuinia

(1) wlueasiiladidnasnans CCTO %"Nﬁ@hﬁ@qmﬂ
woz (2) Mludaeiiladidnadnisenasassuwduiigamaiiini 100 K
iiafiazaaumaugananiiaeldinmsanmantimedue 9 284 CCTO wazludiu
ananamsdnmantianmeladidnainldwudayaiiaulasasiszmsiiierdasiunsdumeiaay
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AINEN ﬂs:msusﬂﬁaLﬁmﬁﬂwmﬂﬁLmumuﬁwaqmigtyLﬁﬂmqlﬂﬁl,?mm%ﬂ (mwﬁ' 2.6) Fadnuoy
Finaniladefunginssuimuluiaquaslsdidnadnuuuind uaslszmsiidesda msidoudumis
Pamsilasunlasmaifilad i nasnad s unaumMNANNE (MW 2.6) Toadnuardananiinasiu
wqaﬂssuﬁwﬂﬁaqﬂs:mww\IaéTsSLﬁﬂm%mwu’%uaﬂma% Feilusnudgndausndmiumsdumany
3wasmsiicmaiiladidnainiigannsas cCTo Fujssaduluiisuiamanaslsdidnainuuung
wazWaslsdlana3nuuuiuaniyas LLdauuagwué’Qﬂénf‘Iﬁaqqﬁaq ilasnnnnuamsdnmnmsasy
walassaaiiasnnanudaudamaiinmsideiuuaeiinnsey (Subramanian et al, 2000) uae
mwﬁﬂmitﬁymmuwm%’qﬁtaﬂ*ﬁmﬂmﬁugq (high-resolution X-ray) (Ramirez et al., 2000) WU
Taseasees CCTO qumL‘fJuLmugﬂmﬂﬁmﬁamﬁuLLathﬁm‘qu?;ﬂuLWaLﬁmﬁumaaﬂﬁquwQﬁwm
managauantamsladidnasn Mnuadananilmnsaisdldh ccro Lifiauiaduiagmaslstidna
30 wazludruzasmsnagauantdmanaslsddnasnuwuuIuanizasd aansatiudulain ccro lui
Qmauﬂaé’mdnfi Lﬁmmﬂmqwaamﬂs:msﬁa f\nﬂwamsﬁnwﬂmm%’wﬁqmwgﬁth %) (Subramanian
et al., 2000; Ramirez et al., 2000) WU l2dduUVINYBY Cu, Ca uaz Ti MlATESNEIAAGE9AINY
atnalluszdieu (no cation disorder) LLawhm‘ﬁ'lmﬁLﬁﬂm'%mﬂﬁ'ﬂuLLﬂaqﬁ'uqmwgﬁﬁaamnﬁqmwgﬁ@ 9
G'z’;qmqﬁ’mﬁuﬁ'quaﬂssmmug%—lqsﬁ (Curie-Weiss) ﬁqmwgﬁgwaqLWaﬂsSL?mm%mmmLaﬂmas‘
(Moulson, Herbert, 2003)

Smsumsdumamauasmsiisaeiiladidnainiigunneas CCTO Hu finidavans
naulanenenudninduahiernuiiululdluwdyuee g aganheemn Teamanguldysluiiaasdsdu
wan ToeUsziiunsn ApRANNKHEYaIsTINMA1URILE (intrinsic physics effects) FuantanAETD
AUNSLASIESNKEN (Subramanian et al.,, 2000) uasﬁﬂﬂ‘mﬁua\jﬂﬂﬁwaLﬁmmnﬁw%wamﬂuaﬂ
(extrinsic  effects) I:zium'iLﬁﬂiﬂsqa%'wquqaganwﬂﬁﬂﬁznauﬁaﬂ&huﬂaunsuﬁﬁauﬂ’@ﬂumsf"{ﬁaﬁw
(semiconducting grain, SG) Lmzdauwm%y’uamuu%nmwaummwdwLnsu (grain boundary) v’iﬂﬁ'g
ﬂé'mﬁuiwmsﬂmﬁamsﬂizﬂauﬁ'aﬂcﬁ’atﬁuﬂi:@tmu%quf?yumﬁ“lu (internal-barrier-layer capacitor,
1BLC) ToatnsuvmihifludidnTnsauazduaviuiinuseninansuimihiflulesidnasn snwae
Tassadugenaniifaldnly  CCTO wuunmendnuazuuundniae Taslunsdueudniaei vou
Lﬂiut,ﬁm?iyuu%nmwa‘ummgi (twin boundary) 284%1I8LEaE (Subramanian et al., 2000; Sinclair et al.,
2002) wazdnwaie 9 Uadameuan wu msialwal5wduszningd (interfacial polarization) 284386
a8 UdLaNNTA (Lunkenheimer et al., 2004; Zhang, 2005) lagneazidenvasmsAnmluunay
Usuiduiigasaluil

2.1.4.1 HAYNGIINZIA UG DN (intrinsic physics effects)
Homes et al. (2001) lasenumsdnmwginssuuazantinmaladidnasn
DK@ (single crystal) CCTO figaumnil -263 B 27°C Tugeanud 20 Hz 9 1 MHz dauansly
MW 2.8 wu:iwhﬂqﬁlmﬁtﬁﬂm‘%nﬁmgmiw CCTO wuuvaandnisenulas Ramirez cf al. (2000)
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(~10 TegfianUszana 10° (Naumgiviasuazanudan) uanganssumaladidnasnianeasasiany

9 U
P

Awuly CCTO wuuvaendn ApiNSHUMLNLNMTININRENAUNSUYBIAM AN LABLENASALALED

¢ o a o a ] v o a A A A v
nWzaIunuudraInsgydanledianain naeardasnumsilasuulasanud wefiasidnla
WeAnssumMaladana3nyes CCTO wandmdmwsuMsainaaazasmsiimeasiiladldna3niigann
Tasimsuadnnszuiumsmanmemwlussuui 02 udipannNaYaIs5ININAMSHaUAII 8N LABENASH
MULUUII89289ALY (Debye model) Fatflunsuauamansladidnasaiiiasnnlalualuiuay
UsnaduausauInnuanIsnaass (Mwi 2.9) Miaaudussdannudastladianasnaanse
asuelanaanns (Homes et al., 2001)

E(W)Zé‘w +—%1(.1+m)2r) (2.1)
1+i(w7)

P - 14 = J A a o a o P P U PN a s
108 Pr=g ¢, Wn P, @0 lolwaluwud, o, Aaeasiiledlanasnianudgs, 5 Aamasiladian
a A a 4 = ] a a [ Y
AINNOANNOGN, T ﬂanawaqmmauﬂmﬂm\ﬂﬂmanmn o o = 2xf QTﬂﬂ']Sﬂﬁ‘U@l'JLL'IJ{Lu

wuuaasasauglilensnasenunsinannanmsnaassnanaaalumnd 2.9(n) M ldansam

a

DABINMIHBUAMINNLABLANG3N (relaxation time, T) igauuniane s laaamwi 2.9(2) wuhi

u

gauniviaeamstiamsHauamamMaladdnninldineasesiasi (T < 500 ns) WALSNEHIANNINIT

9 u

AU UNNN

T T
105k
= E O e -
=" ) ,_,.emgmfgﬁ_é
g M S R
2 1 Y
: /L\ 4
e £~
1>} / «
o) / e
E ra ]
131 A
=
2 —O— 20 Hz
a —@— 200 Hz
) —O— 2kHz
T e 20 kHz
. —— 200 kHz
F (SU) ‘ P Gh\ Ay | A Mz

Loss tangent

Temperature (K)

A 2.8 Msdsuuwlaanuaamngiizes (n) MeaNladanasn waz () AUNULAUAYDIN TFYLTE
mMaladdnesn vaandndien CCTO Tuzanud 20 Hz 849 1 MHz (9ouUasann Homes et
al., 2001)
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105 T T rrorrmm T T TTTITTT T TTTTTTT T T TTTITT T T TTTImT
_E-‘T\O\E
I 3
10 ] E
- F \ ® \ \ |
E) \'\& O 150K hh ‘1; \'-;
o H Y m 100K \ W |
. Yo | sOK ™ \
10°¢ \L‘ A 10K \ A\O 3
E N\ \ ]
F ANal | | O
- (M \i ) \; ]
oA A, ]
102:- A a A A A R-A A A A 4 i ﬂ 1
100 102 10®  10*  10° 10
Frequency (Hz)
107 e
10%1 (V) o 1
= 10%F . [0 Taes00ns |4
Zo4t . ® Tpml3us
) - O T58.2u8
O oL g B T=ld0us |4
A T =16ms
5 0K
109 5® Togl0s ]
10—?rﬁ.lllllllll||||I||||I||||I|||
0.0 0.5 1.0 1.5 2.0 25

100/T (K™

Mwil 2.9 (n) udgeamsil3autiiuaaaileddna3nanuansnaaas (30) AuLUUIALBNLALEY

(iduiiv) Neaumniiuazanadan T was () NNUUEMNANNTNNUTIENIN log, (T) AU
100/T (daudasa1n Homes et al., 2001)

NANNULFNANNFNNUSIZNIN log,,(T) AU 100/T WuNAMsasuLlaaeNNn
209 T Augamgdl loe T fdaaasegnnaFmilioguugiininniy sadudenvdhimsmeinzy
aasanumnuivaaslalwaliihuaziimsielwanlswdust o) waznnenaguaasnnuasnaril

ansmhndnuwaInunszqustiamstauamemaladiana3n (activation energy, U) laas
GEAR)

r=1,explU /k,T) (2.2)

ila k, Aamasludzany (Bolzmann constant) was T, @9 preexponential factor WUNWANIUNTEAUNNT
wemseaurmemaladidnasniamnnu 54 meV
NNHAMSANEINEANTINLAZENTAMILABIENA3NYEY CCTO WENLAED Homes ot al.
(2001) Idiguahmsiidasiiladidnainiigennnaas CCTO ialagsssundnasdrigios Tasaadl
sunalesnnmsiinginssuiindrefungdnssumeduanisas wasiigamafion laTwaluihlula
srauinluuesiimsmasansasmsivasuntasdasnulwihameuan ﬁﬂﬁﬂ’i’]ﬂgLdu%ﬂiuﬂ’]‘ﬂﬁ'u%ﬂﬂaﬂ
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nAYRIMITUANLEHY uazMIanaRE NS UNLIIAslaBEna3nIlpanmgiiandias aghalsfou
msi linumsidsuulaslassadmeandn mlidausdananligndasuszifadmouiionuinlums
a%maﬁqmmqwa\imsﬁ@hmﬁl@5Lﬁﬂ(ﬂ%nﬁgqmﬂwm CCTO

Subramanian et al. (2000) ldiguahmsiimasiiladdnaingsiigaans ccTo lundu
386 ACu,Ti,0,, ﬁmmq!LﬁaqawniﬂsqnWﬂiua%'wqwﬁﬂ Toala@nmenudunussenineauiamaladidn
a3nPa9 CCTO Aumatdaudumisadlasau Ti' fisuduiag BaTio, WuhmsauaasupIdmis
Ti* Tu ccTo fifsnilu BaTio, dwmalianuiululalumswisunamanaslsdidnainiiasan
madeudumiseas Ti* 0089 wordnal¥iAousad (tension) seiNWUGLY8e Ti-0 wndu lHE
anuanansalumsTwanlsisdu (polarizability) diaaiy Mnuainanulimsiwasuanusluganus
waslsdidna3naes CCTO gadfalasnsaudanihaas Tio, MBeslulassats adalsian Lila
ﬁmimﬁ’aﬂﬁﬁimqaé”wuumﬁmﬁ’uﬁ’u CCTO  u CdCu,Ti,0,, w8z  YCu,Ti,FeO,, WUNMAIT
1615Lgﬂﬂ%ﬂﬂﬂﬂ%ﬂqﬂzﬁﬂaﬂﬁﬁﬂﬁﬁaﬁNTﬂ (Sinclair et al., 2002) mﬂ*ﬁagaé’méniﬁhmﬁﬂﬁﬁmauaﬁ
naanguduiidymuaslisnsaasnefaimguasmsiisaeiladidnasniigannuas ccto 1d
RV

2.1.4.2 watilaNananswameuan (extrinsic effects)
Wuiinnuiudiniageanladnusznaueis Tio, uas (Ca, Sr, Ba)Tio, 1y

[

ggauunamsaaaamuiumulnihlalesmsaadnusandaululaseede dadrugu ann

drumulniheas BaTio, s figamgivasiintssinm 10" Qem udmevdsnnlianusauiigamgd
1,300°C maldanuauussenmezes 5% H,/95% N, (5<0.002) aMWeHUMUazana@duanlagd
flszanas 10 Qem uazmsudsmsidaufazeeaniaduluiaawnin Tasmslianufaugameald
anududnhanuduussmauazdaulafiinsandu g sansawmienihliidedusasnuiuug g
MAAIMINYBITTNAIDENNTBAAMNUUIZBUWATTNINNTULBTUTIUMBUBNYBILAaznTula
Tassadumegamadnuaizdananilidanh  IBLC famsiilassaeomeagamauuiiazduarlidae
ladidnasnuasiaqiiagann (Sinclair et al, 2002) daiufedenudullldfiaailoddnainiige
ANYBY CCTO anatianmaiiasnnmsifalaseaamegamauuy IBLC

wiiluiinsrududhlutgiudifulssaissdvsnniaquninii
Taseafumegamauuy IBLC invluissamaimludulvaudenniaquniiniivsznoudis (Ba,
soTio, FuduTaquninilinssiumsiuansiigunnfudaunssnmsdunou Aadasdaased
oM iige ANuGuUTIENMAGIND Bnadasmugumsunszaseandiauniadauiamsdasloaan
649 tileaTuRIIUSETIINTY (Moulson, Herbert, 2003) daiuilafinsondsqaiiud anwiiuly
Tdwas cCTO Mazdilassaauuy BLC Aaudaiiululdenninn
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aehalsiony Sinclair et al. (2002) laauen Hanuduldlad ccTo azil
1A398319NM9g8M1ALUY IBLC Iﬂﬁllﬁ’ﬁﬂ‘lﬁﬁﬂﬂW‘ﬁﬂW‘WﬁLLazﬂ’nNQlWWﬂﬁgﬁﬂﬂﬁliuLﬂﬁuLLazﬂauL°Zl(§l
SEWINNTUERY  CCTO lagmsieszimamaiinduiuaudanlnsalnl (impedance spectroscopy)
wdnmsienzd Aalduuuhaswansaslihiiusznaudensas RC WULZUUERNYAUASUAR YRR DN
WUUBYNIH TmﬂqmmﬂLmua'amja\aLﬂsuﬁL?Jumsﬁ;wf'hﬁwLLaz?;W?;amLmuehu?laqguamuu%nmwa‘uvzm
FEUTNNTY WaMaNAsed (fgampiivas) sansetsdledn ccto dhufaquniinfifimsaauauaimg

Inihaasaiu Ao druzaunsuifiand@iduasiednh (p,~ 62 Qcm uaz €, < 250 pFem ) wazain

YNFURNUUSNUYBUIATEWINLTY (P~ 4.5 MQem uaz €,~ 2.2 nFem ') MNTBYHVBIFNN

b
mumulnihansadmamamwih lWihzaansu (G u,azguamuszwjmnsu (O,,) wazd s
Muaananunszqumsstanizdule lagdsunsManudunusssnin log(G(Sem 1)) AU
1,000/T (K) wud E(G,) = 0.08 eV uaz E(G,) = 0.60 eV fauaaslumunil 2.10 edignannues
E (G, aaﬂﬂé'aqﬁ'uﬁhﬁwu‘lumsﬁqﬁaﬁﬂmmmmLwaiaw{lﬂﬁ (semiconducting titanate perovskites)
LU Li-BaTiO, LLaz@hmmqlﬁ'\hﬁqquﬁ -169°C #aunsu (C,) ddlszanm 9 pF/em (€ ~ 110)
%uﬂu@hﬁl,ﬁﬂuwhﬁ'ui’aqlwmmmLwasa‘V\IEﬂnG‘f (titanate perovskites) ﬂq'uﬁ'u %) LU CaTiO,,

CdCu,Ti,O,, udt Bi,,,Cu,Ti,0,,

2/3

Bulk E.=0.08eV

\Graln Boundary E.=0.60eV

1000K/T

log [o (Sem™ )]
Iy

NN 2.10 ANNANUFUNUSTENIN log(C(Sem ) AU 1,000/T (K ) (aautasain Sinclair et al.,
2002)

Wathisgmegnluwnlianusaudnasaiaamai 1,000°C meldussenmea
' ¥ Y, v ' v Y, & ' a
N, wunamwerumulniheasnsulildsunlas uagamwerumulnihzesduaiiussrnansuien

anasnndnann Taedisussann 7 kQem (Ngaumgiviad) audinelnihnannuszniniagimedim

u
[l
PN [

o lusinmauazusssme N, linatiiasnannlsununaniurasaandaululassgsnuaanning

20



a o

duanzila mshnanmsiedjisensengeduluseninguasumsangamnni Inarhlienunves

u
1
= o

FURAIUTEANUNTUIAD (Moulson, Herbert, 2003) Naé’qndnﬁlﬂudmwmﬁﬁyasiw?iﬂumil,ﬁu
Aasiiladidnaingas CCTO lasnniilassadumegamauuy IBLC @ty cCTo Fufludndsuasly
muamesandladiaansadannziliiialaseadauuy 1BLC lglasdunauidien (one-step internal
barrier layer capacitor)

mﬂm'ﬁﬁnmmmqwmmsl,ﬁm%uamuswdwLﬂiu wuhiienadululalums
(in IBLC lagaensdl Aa iennmsgadevateandinuuasiiennmaihijnseveeanduumliie
Husuamuafians (Adams et al, 2002) MmMsAnmaNTEMIladEna3naes CCTO wanaen

wuh mesiiladidneindegeia 8 X 10" 7 guvgiiviesuazanudonnd 20 kHz (Homes et al.,
2001) Mnyadananilesdamaliidasmnuiinminids ccTo fmasiiladidneiniiguilasnain BLC
W3vdelil uasdhadudazuldasnls mnmafnnlassaandnidionss CCTO Mawmaiinmsideiuy
20991050 UKax39F0n0T (neutron and  X-ray diffraction) wuhlassasiuangnuenaaniiug 9 lae
melundnusznauludesuunswauwag (twin boundary layer) fingsswineguasmeuad duuaasly
AW 2,11 mafeesdlsznaunastudinaniuduliinames cu lasnnandamsladidnainuas
CCTO Hufusasauas CusCa lulaseadradiuashaann (Subramanian et al., 2000) FaHuIEANN
Hululdiduiiagsswinguasmhamadinamliiialassaseads 1BLC luwdnuas  ccTO iy

g ldudniaeas CCTO fiehailadidnadniigann

twin

bwin A i
bﬂurldﬂl;jl: SR

mMui 2.11 Taseasnudnidenzas CCTO Mlsznaulumeruuasauagmelundnden (Kovel et
al., 2002)
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Tumsnwilamangzesmsiiaiaeiiladidnasniigannuas CCTO vu
auufigrusesdnswameuan uanmilennmsdnnluGewaimsilasiahmegamauuy IBLC udh
lafimsAnnluudyudu g iedudumsiidiaeiilodidnasniigannnaas ccTo hilanvaiiiasain
anwanieuan (extrinsic) laldiaannsssundluaiies uasainmsdnwmzeangaiveeia g wud
mesiiladidneingas CCTO ddufuriiouarismanionindidnlnsonunianumnuasiaadioss
inlilddaaguiinsiiiasiiladidna3niigeuns CCTO tiaainnslwanlsisdudifa (interfacial
polarization) szwinBianInsafuiagiatn wiafiinzasweuwaszuhansy laaldasinalumanyes
Maxwell-Wager relaxation (Lunkenheimer et al., 2004; Yang et al., 2005; Zhang, 2005; Liu et al.,
2005) upnMNHUS WM TSRy  Hiluademaiiladidnn3nuas CCTO Wy 2INAYBILNTULEY
ANNMINYBNTURUIUT N USTWINNTY (Zhang, 2005; Zang et al., 2005) WAUBINTHANUMIATENTIQ
t9 CCTO (Bender, Pan, 2005) wazkauaamstiiamsuazmsnanlndn CCTO meianae lagaznan
ashasdaadedaliil

2.1.5 uazasElauazizmamisadianinsauazanunnzasidamadiedadaiinig
laddnasnuas cCTO
nnmafAnmIssdaszindidnlnsaduinmhuesiaquniin CCTO wuhasiilad
\Ena3nuas CCTO Tufuniiouazismadaanaidninge TasTaausiin cCTo fshumsliamusoui
aagdl 750°C (Hlunm s Halas meldusseme N, wasdidnTnsarhanlanzuwniitu (P a1y
@hmﬁlﬂﬁlﬁﬂm'%ﬂmnﬁqﬂ diafiauiu CCTO RiBaMseIaNdEnInsauuUaL 9 (Yane ot al., 2005)
Fauaaslunmni 2.12  wamsnesasdananifuduniliiaiuayuihmsimasiloddneiniigann
294 CCTO fmwaiilasnnildameuen wasnnwanmsnasasdnanilminsaasnelsnngmsali
Lﬁﬂﬁuleﬁﬂﬂauuagmmﬂﬁﬂﬁwu,wqﬁ'ﬂti'l,mu‘ifamﬁﬁz (Schottky barriers) 5e¥INBLENINTAUBLHIN
284 CCTO (Lunkenheimer et al., 2004) luiflasdusasdaszwiriinwiues ccTo AudidnTnsals

ansatiausesdauuutanddla WasmnamwirumulwihifmbheesccTo fegann (1.2 x

a

10° Qem) wamenannmslianusaunigaumad 750°C Wuna 8 wlus malaussenne N, wuh

u

aamwmumulihassiinminieanss leaimuszanm 3.1 X 10" Qcm NHaUDINITINIWBIFTMNW
aumuliih denalisaadaszuieiinninaeas CCTO  Auddanlnsaiatiusasdawuudanddle 1ia

g v a Ja < = S . P S a a v o
Tansilduszdusaanlnsadineizuanu (work function) Nivanzay TaaWeidunuzasduuazuwniuni
M 4.21 a2 5.36 eV NSIOU B luUnsaiaInaNntisasnaseuINwnnHuNNURIBINYeY CCTO Ni
anmweumulwiher AlamaiamunednduuuanfdglannninsassassinNE@uiuivingas CCTO
dana lveaanledianesnuae CCTO  NduwnMmindudidninsadannnniiaiauny CCTO NEEY

=t

? funsdnduuudonid inannsesrevesiduiasziinasned niiy Tangiliguauiialumsnsesnszua
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{Wuddnlnsa Tunsdl ccto drumslienusaungamgil 750°C Wunan 16 lue meldussenme

0, wuhamwehumulwihussiuin ccTo fiehgenn (4.3 X 10° Qdem) dualienaiiladidnasn
289 CCTO ﬁﬁ%’%nwmm%‘ﬂuﬁgﬁtﬁﬂimﬂﬁaaﬁ%ﬁﬁmﬁwﬂdwmsm%'ﬂuﬁl,ﬁﬂimmwunguﬂ idiasnsande
sswinivthaas cCTo Audidninsailamafasesdauuudanddldiasii

UBNMNIUA Lunkenheimer et al. (2004) FIWUNANUMNVBNTNANIBEN
Tuanznageuaniamiladidnainldinadamasiiladidnainuesiaqunin CCTO duaaslumwil
2.13 lasiienuidmmasiiladidnainuasiaamaiudmiuilaianumminnnhasicailadidn
a3ngeniilatagiathegnialiinem nawamamasasdananiiminsaiuiuldhmasiladidnaing
gannzas ccTo aldfiamaguilasnndnswaludies udiiluwaiiiosnndniwennmeuan damsi
Taseadauun IBLC wazsmalwan lsuduiifnmhuasiagiatedudidninse mamsssdsznaumanad

NhresTandIngN

104

103-

102.

102 103 104 10° 10%
Frequency (Hz)

a v

Mwil 2.12 m3swdsuwlasiuanudzesamailodianainees CCTO Niaumgiivias laadianinse

9

o ac ! el' v g
VI']Q’]ﬂIaﬂﬁi HLSIDNIILOIBNNONNU

(n) BLanlnsarann&y (silver paint)

a

() Jaquaniin CCTO Mrhumsiianusaunigumgil 750°C Wunm 8 1l meld

u

U55eNMA N, wazdannsennnEy

a

() Yaqusdin CCTO Ashumsliamasauilgamgii 750°C Wiunan 8 Halus meld
U55eNMA N, wazdaninsarannlansuwniiuy

(1) Faquniin cCTO fishumslvanusaufigumadi 750°C Wunm 16 #lus mald
U55ENMA O, wazdidnInsarnannlavisunniu

(aauUasan Yang et al., 2005)

23



10°F CaCu,Ti,0,,
2 . 4 . 6 8 10
log,, [v(Hz)]

Mwii 2.13 mswasuulasiuanudzesmeiiladildna3nuedigguenin CCTO ARaNunINANIY
(AouUasan Lunkenheimer et al., 2004)

2.1.6  HAYIWMIALNIUAASNTANINLABLENAINYBY CCTO (Brize et al., 2006)

mic‘s’iﬂmmmqwmmsﬁﬂ'wmﬁlmﬁLgﬂm%nﬁgqmnwm CCTO loaandadundgIuyes
MIAALANETNNNYaNMALUY IBLC lagfiunanuaad melulassaalsznaumatnsuiisianiams
inlwihiiduazfiduanunuagsswhunsuhmhitlostumaihiihsswhansu dewalimasiladidn
#5n284 CCTO ﬁﬁhﬁgqmn NAUUINNNANFINGNT BUeYBUNTULBZANNWINTBIT UL LTIy
Hasefifinadamloddnasn waznnmsanmwuamnezansuinadamasiladdnasnaas CCTO
(MW 2.14) nmnd 2.15 wuheesilediEne3naas CCTO feinanaBumMumMSIRNIINAYa
LNSU NANISNAABIGING NI FDAARBIRTUNATEuas Tha o al. (2003) FawuieeshladEna3nuas

CCTO NHzwansy 1 HUm dmUszana 3,000 uasdanAaaInuuIFeued Sinclair et al. (2002) &

wuneeiiledidna3naae CCTO fhifiwnansy 5 Wm dedszana 9,000 Tagwansnaassnavaai
nanmiianinselfiludasivayumuuuudiasszes IBLC Tumsadugamguasnsiimasladdnasn
1§931n2a3 CCTO
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Mui 2.14 Mwaeuizesiagunin CCTO Miumswnring 1,000°C Wy 20 Flaa
(M) 2nansu 1.2 T 0.4 Um Jaanaunalzifigumgil 750°C Wuna 2 9l

o

(@) 2wansu 1.3 T 0.4 Um Faquauaalxifiaamgil 650°C Wunan 20 7l

Kl Y
1

(@) ynansy 4.1 £ 1.8 m Taguauealnifgamgil 500°C Wunm 20 5l
(@aLUa9an Brize et al., 2006)

10000;‘.‘ () ®  N°1
- T T v N
.¢*+“'+ +++++ :‘ AAAL..F‘ -.“‘ A N°5
A AR R S E T T ¥ PP, Ve, - N4

e &
{(1) .
.I
__7_‘77._.".’.'."— i
WG o e
(ﬂ) -00......-..';:7 +
Lo 8. .
1000 4 .
-
.
.
ik
. =
L]
100 — T — — —
1e+1 1e+2 1e+3 1e+d 1e+5 1e+6 1e+7

Frequency (Hz)

MWl 2.15 WaUDWIALNSUGDMAINLABLEaNA3nYaY CCTO:  (n) Jaquesiin CCTO Nilawnansu
1.3 £ 0.4um, (2) Jaquin CCTO Nizwansy 1.2 = 0.4Um, (@) IaqusHN

CCTO NizwansU 4.1 = 1.8 Um (Aaudaann Brize et al., 2006)

25



2.1.7  WauaInszIUMseIaNaadNliaAneladianasnuas CCTO
M3AnInenmansaInNiagmans nszuIumMseseNIdaruaIanENindad
Wuiupuuasiluiussuiiid dyduagds nssuoumsiodeuiluiaieiinadaauifuasianlud
#197 efimsanaiauaritensiauifzesiaqunininazimsdoulauazsndefanszuiums
wisuiaue dumsAnnautidmaledidneinuesiaguniin cCTo fahuarasnszuiumsioiauiiy
Snuiltadeiiflanuddyuazinadasniamaladidinasn Nnnenumsinmassanarsdfimun
wuhehasiladidnedngas CCTO  Mawdniden waswmendnmnmadldung Saaglumg 478 -
300,000 (Subramanian et al., 2000; Ramirez et al., 2000; Homes et al., 2001; Sinclair et al., 2002;
Fang, Chen, 2003; Jha et al., 2003; Zhang et al., 2005; Bender, Pan, 2005) lata3anaquzaiin
ccto  TaeAsmemufaseaniuzasiuis uasladnwuazainszuiumsassnisguanasigguaniin
daautamaladidnasnaas ccTo Taald@nmuauas nadiacha | sasmawaua sy auunilums
wnuaalzl gamgilumsunuiin nawasmswkin uazkanasmslianuiauudiagiatadnasilu
USSENMABINDUTINTNFNFINATBINAINTULIzA NIV UGDA AT LaBLENGSN dmSumInITud
T4@a Caco, (99.98%), CuO (99.5%) uaz TiO, (99.5%) iwﬂauﬁﬂmuazﬁ:aﬂmaqmmm%ui’aqm
uiasriinaqulddanadi 2. 2 Tastaquedishumsuaalaianiliualiazdeadnads (noumstugy
wasmsdaensiiaaunin) walildnneaymainendsamuiululsamaioufise Taaums
murilafieisnldamiludusiTasmssadsanudunuuunudaniusiunaudusiuaudna 13
NAAUNT waslinNumN 1.5 Naduns 5aqﬁpiwuﬂ15§ugﬂgﬂﬁﬂﬂmeﬁﬂ ludrgaumani 990-1100°C
Togldnm 3-16  ihlu TesdenTaquniinfivnuiiniigamai 1100°C  Wunmnm s Hluvady
nespudmiulisudisunamanaaas daulamsedeuuazaanifen | sasiagdataenia CCTO
snawamsinmaniameladdnainasuladmned 2.3

a

mevdrnnmahiaadmailienTianuiaudnaisigamai 1,000C Tuussnme
vsnau unm 6 Hilus wenihanmeseuautiimeladidnainwuh daeiiladidnaineas CCTO fie
Wingede 10° fgmgfivias dauaaslumnd 2.16 mandennmaiiagieiluunliamudoudn
34 lhanienzilasaimas CCTo dsmaiia XRD wuhlifimsudeulassaiandolinums
\Aetusaaafiaaauaslinumsidsuulaunawssanuminuiy nnsdnvasdugunasiaguniin
fasiidnuazudy Taamsiisduatannuaseasiladidnainenaiiammaiiasnnmsiisduznsd
amwihlwihmelunsuivdsnalosasidemaiantiunasmasiiladidnein Taamaiisduresaaeilod
dnasnludnwaizdananiilimsgademnaladidnainees cCTO  didniuanniunude (Bender,

Pan, 2005)
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m3Ni 2.2 RaulamsieIeniague CCTO 1ag38 SSR uasan bz ank

amunad (°C) uag
9 Y

. MAUANITHAN | s PUIABYNIA
Fa0e MINAN a1 (Flag) Tums . .
B4 , UAZANHOT IO
uaa Lo
960°C, 8 h
waalziiuinnid 2| 1-3 pim,
MP1 mortar and pestle asglou (acetone) A5 TU®s29NUNISLAIZAINUY D
aunitazletwan DUNAKN
Ly Q(
USgN5
vy . A¥N 1 1,000°C,
WIUIgNSuanas 2-3 m,
' 8h i} .
AM1 | attrition milling | #2801905218 | g | . Huwalinzeenisiie mMsinzan
A3aN 2 930°C, 4 h |
Tamol 901 g 4 o AUINDUN AN
A9 3 970°C, 4 h :
v < . -
WIUINTRANTIT | 5 . 1-3 Um, ldasanumsinze?
, . . | @%#i1 970°C,8h | _ .
AM2 | attrition milling | A8 AULIIAIHD NUPBIBUMNARIKAEINITNTENE

Triton CF-10

59N 2 940°C, 4 h

fIYDIDUNARIBENFINLEND
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T
=

il 2.3 Raulemsie3enuazanifo g 2aeiaqunin CCTO Toawnwiinfiaamai 1,100°C

9

L3870 | IUINYNENITU

Jagua | () | wnwiu | (lulasams)

ST R N I, . . % A€
L. ol [Tunas|duving €, tanO '
MIBYN - Gs Gb Gs/Gb (%)
U | (%)
30 99
MP1-3 MP1 3 91.8 2.610.2 25/75 | 11,700* | 0.047 | +9.4
170
30 09
AM1-3 AM1 3 94.3 2.6+1.5 50/50 | 60,500 | 0.052 | +16.9
180
anstiulaeansud
AM1-16 | AM1 |16 94.5 L 109,800 | 0.052 | +13.2
NaUN®
15 -
AM2-3 AM2 3 97 2.910.5 10/90 | 95,800 | - -
60

(Bender, Pan, 2005)

=J %

WELKHe  Gs Ao 2NePBUNTUEN, Gb  A. sazaunsulual, Gs/Gb fe dadIuuBINS

Il
<~ 1 Il a

ansuanaansuluagluisgaadng, € As mesileddneiniaamgiivasuazenud 1 kHz,

wAg, Ao wWasiwudnmsuasuwlasaaeiladidnainludigamgil -60 @ 100°C  Wguiua
auui 22°C waseanud 1 kHz, 11,700* Wueiilnatdenniuansenulas Subramanian et al.
(2000)
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1800000 18

e 100 Hz 1k Hz =10k Hz
—@8— 100k Hz =100 Hz Loss =81k Hz Loss
1500000+ —&— 10k Hz Loss

1200000{ / 12

—&— 100k Hz Loss

x

Dielectric Loss

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

Temperature °C

Mwil 2.16 msldsundasivauvgizasmasiledidna3nuazaiunutauduasnisgaydang
ladlanasn zae CCTO  Mmenasmsiianusaufigauugi 1000°C  meldussene
¢ & & @
21508 Wunm 6 27lue (Aaudasan Bender, Pan, 2005)

2.1.8 wanasnstIauazmInaxlndannaasifinaleddnasnuas CCTO

nnmsanmilasaane g Ailnadasutianeledidna3nyes CCTO wuhuanwilaan
Hasefilananuuds msdessuazmamesnindaiuinniilaseififuadaauiamalasidna3nues
CCTO (Capsoni et al., 2004; Chiodelli et al., 2004; Grubbs et al., 2005; Patterson et al., 2005;
Kobayashi, Terasaki, 2005) lagainmsanmnarasnmsiasssiivaunuidiunisaslasauuinly
Tas989w89 CCTO wuhmsidaasiluaathanndaantamsladidnasnuas CCTO dauaaslumsd
2.4 Fauflumaauaasmanualuih casiiladidnedn waseanudumulihueansuuastunuiui
Musznansu

PAMTNN 2.4 WUNMSERBASUNUNEILYUZ9 a0 UUINHNEUAENINGDNITLINY

anuglnihzeunsu lag 8 < C, < 16 pFem ' (W38 90 < € < 180) uastilpWnsanANNFNWUS
szuieenenugluvhuazameileddnadnzasiuauiussniunsy (msnd 2.4) duldnawsunads
tu cuo  Inululassasiunasnnnssuiumsiesaniagundn (i 2.5) wuhmenuyluiuas
v A a s a & v a1 N < a a v ]
masnladiana3nzeesussuunsudaninannuanulimnaa Cuo  Nasrawu (antiy Fe) Tagd
anuiululameves cuo  fivsnsaniniludriuimainaanaglnihzesuauiuszninansy
tasnnmstinanuliluszdsululassasiamegania adnwand@nienisyuss (transport
v W a £ . . o a v '
properties) Teamsiamanyseansdua’ (Seebeck coefficient) YBNIFALEIINN CCTO wuNRe Uz

o a . . < oA o o o o ) .
’ dulse@nidun (Seebeck coefficient) Lﬂumﬁmumﬁamawmmswu"l,wﬁmmmm%}’aummmﬂwu VLV\Iﬁ"I%"Iﬂﬂ’NN%”ﬂu (thermoelectric

material )

29



-99 4 -60 UV/K lugngungi 200 84 400°C Mnmasnaniiugasiussgmnnzly CCTO Aa

Blanasau AwasnunszumMsstaniaturasnsuimmnanngmihlwihmelunsuigamaiiene g

9 0.07 eV lumasinanunszqumsiuaniiurasduauszuunsuiMmannamwih lihiie

Tuz9 0.54 54 0.76 eV

i 2.4 aamwinumuluih anagllih wazeAsitladiinman PaunIUUazTaUNIU U TG
CCTO, Ca, A Cu,Ti,0,, waz CaCu,Ti, BO,, (ija A = La uag Sr ae B = V, Cr,
Mn, Ni, Fe 18z Co)
V. (AU FusEHanTY
ECLLZRRERN o _1
p (Qem) | C (pFem ™) €, P (Qem) | C (pFem ™) e
CCTO u3gnd 75 12 136 6.8 X 10" 8700 98,000
La 2% 267 16 180 1.3 X 10° 300 3,400
Sr 5% 158 14 158 1.3 X 10° 2,300 26,000
Co 2% 88 12 136 1.4 X 10’ 5,200 59,000
Co 5% 112 13 147 3.1 X 10° 13,000 | 147,000
Ni 2% 75 15 170 1.0 X 10" 8,800 99,000
Ni 5% 207 11 124 1.1 X 10° 10,000 113,000
Fe 2% 2.2 X 10" 12 136 6.6 X 10° 6,000 68,000
V 2% 5.3 X 10° 8 90 3.1 X 10° 400 4,500
Cr 2% 1.1 X 10’ 9 102 1.0 X 10" 500 5,600
Fe 5% 1.5 X 10" 10 113 13 X 10’ 4,000 45,000
Mn 2% 2.1 X 10° 14 158 ~1 X 10’ - -
Mn 5% 1.4 X 10° 9 102 ~4 X 10" - -

M5 2.5 Usuaasiaedy

(Capsoni et al., 2004)

(% Togniwmiin) Neasanuluiaqueniin CCTO Nidamelaaaun

d@15hla

YSuaiiae

(%)

USuae Cu0 Nesranu

(%)

U330 CaTio, Hinsrany

(%)
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CCTO u3gnd - 0.5 -
La 2 - -
5 - -
Sr 5 - -
A" 2 - -
Cr 2 - -
5 1.5 -
Mn 2 - -
5 - -
Fe 2 0.6 -
5 2.3 -
Co 2 1.5 -
5 4.6 0.7
Ni 2 1.7 0.6
5 6.3 2.2

(Capsoni et al., 2004)

ilasnnmadamsiglasausaslanzea  tiaunuiidumislassuuinaes cCTO
sansaiiucadiiladidneinaes cCTo ldudiaanimuaiiduansildfmunuaudaasmagadams
ladidnasniigannmumaiinzasmasiladidnedn duiulumsuiulgandanladidnasna
ccTo WlFBmahasulndafuiaafiimunuaudasmsgadamnaladidnainm wulussuuaauln
&0 CCTO/CaTiO, (Kobayashi, Terasaki, 2005) warszuumaNlnge CCTO/ZrO, (Patterson et al.,
2005) szuunanlwdamasasmansoUiulpautdaneladidnainues ccto  THminsandums
Uszgndldnuld Taadasiiladidnasnuazamunuaudaasmsgydensladidneinzasisgaoulnda

CCTO/CaTiO, fifnlszanas 1,800 waz < 0.02 (luznenud 10°-10° Hz uazdrguvgi -53
27°C) audIay LLﬁzﬁ’lﬂQﬁl(ﬂﬁLﬁﬂ(ﬂ%ﬂLLatﬁhLmuLﬁ)uﬁﬂmﬂ’l’ig'ﬁyLﬁﬁm’NlﬂﬁLgﬂGl%ﬂﬂEN’?EIQF\E]NIW?W]
CCTO/Zr0, #imUszanae 5,030 waz 0.016 (ﬁqmwgﬁﬁa\mazmm?{ 1 KHz) MN&0U NIaNaNY8Y
AmunuudaaImsgademeladdnain fimailasan CaTiO, wag ZrO, finanTwdaly cCTO Wams
dzauiiusnamauassnihansy washwhidunnunssrhansuuassudananifimamwdum
11/\I17\h°‘7i§qmn dmalﬁ'@iumumuﬁwmmsgtyLﬁamqlﬂStﬁﬂm%ﬂﬂaﬁaqﬂau‘[w'ﬁmé’qﬂénﬁﬁ@haﬂm

o va a a A v
2.2 ﬂ’liﬁNLﬂi’l%ﬁLLﬁ%ﬁNUGl‘YI'I\ilGli’JtﬂﬂGliﬂ?laﬂ NiO ntaamg Li waz Ti (LTNO)

2.2.1 anaimluiennulaseainawaznisdaunszi LTNO
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fnananlyd (Nickel oxide, NiO) Lﬂui’aqﬁlﬁ%’ummaukmshwm Lﬁaqmmﬂu‘hqﬁ
ansalszgndldnumedudiannsaiindlaaiainning Tas Nio uSgnisnaglunguiagainu Mot
Hubbard insulator’ Fuflunguiaqiifieammiluiding 10" sem™” wdidlaidaanshmniaaud
S18NATEULREY (monovalent) WU Li° whunud NiZ' lulasesda Nio %mm'ﬁmﬁuqmauﬁmumsﬁ']
T Tvgetuld

Wu et al. (2003) lananumsduanzduazdnmantianmeledidna3nuesisg NiO 7
\@aansene Li uaz Ti (LiTiNi,__ 0, LTNO) lagduanswigqusin LTNO Togismsnasuuuudin
50 (citrate precursor method) UIUNTZUIUNITLOTLN Léué'uﬁ'mmswaums Ni(NO,),6H20, LiNO,
LaLNINTAIN Tui‘ivm%qﬁ waNuAN S [CH,(CH,),01,Ti asldlumsazarzadet g wSounuly
anudaunasauatdaiiinsauldiaauis wé’qmnﬁy’uﬁwmau,ﬁ'ﬂﬂl,malﬁﬁﬁqmwgﬁ 800°C  tHunim
1 7l daunﬁﬂlﬂﬁugﬂLﬂmwiuﬂauLﬁ'umuquzfnawﬂszmm 10 NaduAT i'lgumauqﬂﬁ'mﬂwmi
thaghsiishumstuguluunwiinfigumgd 1280°C flunm 4 Hla

Saquniindatuiiduansilagninludnmnlasaauns Taawmaiamaideuuid
1ond (XRD) Gamwit 2.17 wuhgduuumsidenuusidiendluiaqunin LTNO deandasiutays
nasPuMsasuesdiendues Nio warlinutazes  Li was Ti (leUSinames Ti vesniuie
Whiu 0.05 Tua) M3ideans NiO eae Li denanamsilasuniaslaseadisuas Nio goeann tiasan
Safiuaanaudg (bivalent) 289lapau Ni uas Li e lnatdseiu As 0.69 A uaz 0.68 A mudriau
garulosauvet Li sansaunudumisaslesauzes Ni lusanfizzaslassaslalasunannmsia
ienvasuandis dalugiuumsidmiudidiandluiaadade LTNO Sehiwasuudasmuibinaas
Li fuiiady udilousinawes Ti Saannnimdenhiu 0.1 Tua asssnsaasanumaidesinduie
iwlszes NiTio, Fulludeivedldhilusfiaauiaduly LTNO elaushe Ti udamsaasranuldiias
MNINMIeNdaIamaiia XRD WiaUSinames Ti §aani 0.05 Tua (Wu et al., 2003)

O NiO

0 e NITiO,
0 0 )
x=0.1, y=0.1 ® Q0

x=0.1, y=0,05 ‘ h “ i
x=0.1, y=0.02 . l h ko
s

x=0,05, y=0.02 I ‘ |

x=0,2, y=0,02 | l l h ||

10 20 30 40 50 60 70 80
20 deg

Intensity (a. u.)

i 2.17 sUuuumsdsauuidiendlulaguin Li TiNi, O (Wu et al., 2003)

1-x-
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2.2.2 mawmqm‘ngﬁu,asmw?iGiaauﬁﬁmalmﬁtﬁﬂm%nwm LTNO

Wu et al. (2002) lansnumsAnmani@nialadidnadnuaeian Li,,Ti, ,Niy 4,0
(LTNO) Tugheanud 100 Hz i 1 MHz uazialuzgamaii -60 1 200°C wuhaasitladidnedn
%99 LTNO finiigaann Tasiienszanas 10°-10° aapaigaumaiinasmsia (anude) iefinson
fianudidnd 10 kHz wuheasitleddnainudsuwasiugampiivesinnaasasgamnizaams
5o daudaslumwd 2.18(n) aghalsioa Lﬁammﬁ'gjﬂﬂiﬂ 10 kHz eesfiladidna3nazanasatne
Funduilognmgiinndas Tagananiszann 100 whaasmaeiiladidna3niinamgiigs

wodnssumaladidnasnaesiaqurnin LINO  fidnuaizadeduwgdnssuiinuluiag
513N CCTO (Ramirez et al., 2000; Homes et al., 2001) Aanaainmsanatatusunaumasmaei
laddnasnfigumgiidhlaslaldimmaiilasnnnginssumanaslsdidnnin (amawumanlasu

vV

Tossahaaiiesnnmsildsunlosgamaill) uilmmailasnnwazssmdsnuamudauiiudinsedu
WAanssuumakauaaemaladidnain datiy Lii'aqm‘wgﬁaﬂﬁwadm‘[walﬂﬂwzgnm?qLLazLﬁaﬂGia
sunwlwihmeuen desalmslnalsduiliialuluenaresmsanmdias Tasaansndunaldas
FarunnmsanstagndunduasaiiladiEnasn nmwil 2.18(2) seanmnussmunuEUGYDs
msgademnaladidnninlundazenuidenndasiumsanstagedunauassmasiiladidnain (i
2.18(n)) watilarnudiondias seansmaasmunuaudaasmsgademsladidnainazdaudumia
Tfsdegamaiiisnnh wazasmsidaudmumisdananiifudiidiimafomsiauamemsladidn
a3niilasnngnnszdudaanuiou ahinsonluiegamaiigs 1 wuhmunuaudaasmsgadams
ladidna3niisgann Tasflawmailomnuazasmainlwihnszuaass (de conductivity) meludiams

wazaIsadune lasgugarungum)igeuazanade
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™ P

—m—10°Hz
—0—10°Hz
10 1—a—10°Hz T . :
51—v—10°Hz 7
|—e—10%Hz| (@) 4

tand
.

| WA i ) /:J/
1 h O\O\ f"")} A
1A v, 0\9 A

1= Gﬂ‘QEW§ﬁﬁ#Mvvv§Wwﬁ
200 250 300 350 400 450
Temperature (K)

Mui 2.18 miwadsuulasiuaumngiizes (n) mesnleddna3n was (7) MunuEauduaIN gL
mMaladlana3n 2aeiag LTNO Tudanud 100 Hz 84 1 MHz (MWUnsnuaaemwene
HINYaNaaMBENmIEmAla SEM) (Wu et al., 2002)

dalwiAnenunlangdnssumaladidna3nuas LTNO TWasedu Wu et al. (2002)
TaAnwmsuasuulasiuanudussmefiladidnasn wazeunuauduaInsgadanalodidanain
wuhwazasmsilasuulasfuanuiuasaaeiiladidnasn (mwﬁ 2.19) §HNIT0DTUUNWHANTINNN
Tadidnasnlalaglduuuiranimswauamenalad@nasnuaaaing waznnuaresmsilasuulasiu
mmﬁ'wm@iumumu@i’wmmigmlﬁﬂmqlﬂﬁlﬁﬂm% (Mwi 2.19(2)) wuﬁuﬁaqqumﬁ'umﬂﬁu 890
ﬂ‘§’11/\|°llFJ&‘Iﬁ’]Lmumuﬁﬂﬁﬂﬂﬁi%jfyLaﬂ‘ﬂNI(ﬂaLgﬂGl%ﬂmﬁl,a}auﬁ%mﬁﬂﬂiuﬁﬂ‘ﬂﬂLa‘c’l’sﬁluﬁl‘ljﬂﬂ‘jl,ﬁiu?lFN
anud wasanamiiudifiusnsieenuaanndasiudnuazsimswaunaemaladidnasn NNYDYA
apamsdnnmsnldsunlasiuanuizasdasilladidnasn uazeunuudaImsgadsmeladdn
@30 SNITOMINUMNNVRIMTHAUANEMLADLENASA (dielectric relaxation time, T) lALAEMS
Usudmulsluwuuhasnasanglilanswassiunsnvandayeresnamsnean

PNNNNUFNPNNFUNUSTZNIN log(T) Nu 1000/T (muwunsnlumwd 2.19(2))
wuhiilagamgivindunmuasmsisuamanaladidnainasanasetunad sududeivedhiims
dinFurasenuvnnuiulalnaluihuazdmsiialna lsisusg9510% Mnnsiuaasanuduwug
2WIN log(T) AU 1000/T LLaxmﬂaumsﬁ (6.2) mmsﬂﬁwmmmwﬁwmnsxﬁumiLﬁﬂm‘m'auﬂmﬂ
maladdnasn (U) lannanausuwasns vl uaswudh U = 0.313 eV Gedaas U fiilalndidesiuen E,
= 0.309 eV %ﬁL‘ﬂuwé’wumzﬁ'uﬁv‘iﬂﬁlﬁﬂﬂﬁﬂﬂﬂﬂwmﬂumiuwaﬁaqmmﬁn LTNO #eisdinifa
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MINTEHUMEANNTDUBENTULTTBINTEIUMIHBUAIEN LA Blana3naudiannduNusae NNy
math lWihmelunsuy

10°3

ﬂ‘!“*ﬁﬁ A
e Y
oo R ﬁﬁéasm.
10 \JCLL{SO') *se [=het iy
“Oo s
| “lb ‘.‘w
w ] () c-\u\ 'x\.\
3 o e
1074 o, .
—o—210K %OCQOODD
—e— 260K
2 [—O—310K
101 360K pr
—A— 410K 10 -
10° | —A— 460K a - 4
B 409 "
1 -~ = =y
] = -
7 U=0.313 eV
. '-?.SU) Sk B 1=0.847x10 %5 | |
w 107 By 10 |
& Lo fa, 20 a5 40 45 50
= L Bp 1000/T (1/K)
{ y Bop ﬁOCOU(Eb Ll
0 iy Bop P 0, g #*
10 oy "ug = BAp, \«,. o ....96_0
» ¢
u.“gns ey .- ,_\,c_ F.DBS-

.Dooﬁc:ccju" nﬁﬂﬂﬁ“.;gaaﬂﬂﬁﬁﬁﬁun

10"+
3

10° 10 )

10* 10 10°

Frequency (Hz)

Mui 2.19 mswdsundasiuanudaas (n) aeeileddnesn waz (2) MunuaudzaImM g

mMaladlanasn 289 LTNO Naaumgiiena 9 (Mwunsnuaeaanudunusszning log(T) nu
1000/7T) (aauUa9a1n Wu et al., 2002)

2.2.3 mmeyzlmm'sﬁﬁhmﬁlmﬁtﬁnm%ﬂgwaa LTNO (Wu et al., 2002)

LTNO dadluiaqladidnainniiniiicmasiladidnaingann Taaeiszana 10° &
ueiidisuhfudmiinulunguisquleslsdidnadnuuuinduasuuuiuanzes 1nd 9 fugamniia?
(Curie temperature) manﬁnssumsmﬁ'ﬂuuﬂmﬁuqmmﬁwm@hmﬁlﬂﬁtﬁnm%n UsEhnalnuasms
dwalwanlsiwduly LTNO lildiRatunnnginssumanaslsdidnasn Taseasiladidnasniigenn
294 LTNO anafianmaquilosanmsiilasiaiiemegameauuy IBLC

NnwamsAnmdnsusinmhuazmsiensituisesinuasiagunin LTNO wuh
Ti Mdud iy Nio sanseamanuldlutBinaenniivinameuassniansy udesawuldias
wnniiuinamelunsu s Li snseasawuldlutnasnamalunsy dumelunsudelania
Hlusnsiednh (Nio anidnee Li) Turaifivsnampuassriansudadiusnm Ti uumnniiauss
HunumnuwesimihiienenumsihlWibszuhansy dedmsanlassaiiswes LTNO Tuszdugama
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wuhilansauzeaanudinulszgaiehenlsznaudauiudnhaunumeluussymeawu (ladan
M3N) ANYMYBNLATITNNNIIMAGINGINGEENT IBLC 4aznuuuinasdagdazes IBLC A

ladianasnuasiggunindiat uimeaanns

g ggtbd (2.3)

i d Ao vnevansy (laszanm 2-5 Um glannmwee SEM), t A AW BN URIIY
USYBULYASEWININGY (grain  boundary layer) UWaZ &, AadasiiladdnasnyastunuIuuLasd
AUszainm 10-50

NnauMIN (2.3) wudwmmﬁlﬂ5L?mm'%fmaﬁaqLezmﬁﬂ%ﬁmaﬂamﬁ'ammwumm
Funuuiiady wazanuwunzasuaumely LTNO  asfidudisdumaysinanas Ti fuiuiy #
F00ABIAUNANMINAaDY audaslumnunsnii 2.20 duRaasfiladdnasnilmanauiausnanas
Ti #ldeduiadnnngy wazlumeassiuiumeiiloddnasnues LTNO  aziidiiinsnniuas
USanomed Li Tt (1umw‘7i 2.20) FananedemsiinySnewes Li dumsiiindSnamasnne
ahmelunsu (LniuﬁamWﬁﬂWWWQﬁu) uaztiions LTNO lusnuluihazdenaliiiamsazaumas
Uszq a1 unafhaasduasiumnuiitusswhansy demalimasilodidneinuas LTNO fegs
10 uanniudrdiwuhuinames Li uas Ti idsuiinademsuasuuasiuanmgiivasdaclad
Lana3n Lnﬁdwwqafmum'iLﬂﬁ'auuﬂmﬁ’uqquﬁwaqﬁwmlmﬁL%ﬂ@%ﬂwaﬁaqmﬁﬁﬂ LTNO #fia@u

(USanawwas Li < 0.3 Taa waz Ti < 0.1 1ua) asianuyaeaaenumni 2.20 udaun)i o sy

I
aa o '

aaanNUzasmunuEuizaImsgadenelodidnasn  fenuduil 9 azdefidunigumaiingnd

u

WatNUSaes Li voanlSanaweas Ti

?O T T T T T T T
7
60+ S X =0.05 T
50_"[3_ 4 .
_ 40 : -
o 1 —
=~ 30 o -
u 002 004 006 008 0.10
201 Y ]
Lg y = 0.02
04 i
005 010 015 020 025 0.30
X
~ a J n:} a o a . . . v a . .
2NN 2.20 astlasunlaseaenledtdnasnuag Li Ti Ni, _ O nuuSuioues Li wag Ti

(NYuviiviBeuazANND 1 kHz) (Aaudaan Wu et al., 2002)
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2.3 madszandlinuiaaleddnadnuwniin
Jaqladidnainuiaaunuduiaqitlith Wi vIafidranmwiumuluihgann mnaouauda
Nugrudananiinliladidnesnunesiiagnininldnulasas fevihiduiagilostunsivauues
nszua Wil uanmnﬁuzﬁlmﬁLé‘mm%ﬂﬂ'\aL‘TJu‘?aqﬁ'mmsa11’1mﬂs:ﬁviﬂuqﬂﬂszﬁﬁugmmq
aldnnsaiindiddny wu dufudses Tesdufulssaiinumuiasamamluaansoutseanldvans
wiio usgfusliuassiiauasmsitlihladdnen dememagluiheasdufiviszannaiaasiiufue
ladidnasnzasiagiitninusziug deiadu dufulszguuueniinngude g dauaaslumwi 2.21
PNAWMA 2.21  uazanTil 2.6 waz 2.7 annsaRasenld Fanudululdlumsiniag
ccTo ilsshwsifluduiulss wazmansodadufulsadinaniagludfulssandui 2 uas 3

=

i
v

=1

2

DA A~ & 1A v 4 1 Vo Pt a LA [ [
udnmhulszamassnguiiladmsldnuinagneiun wadagildlumsuszavidrvlnaiuian

o3 9

v
= CZ

. I I3 P2 a a s a a a g [] [ [ v
BaTiO, \JuaeAlsenau mumﬂwlﬂaLaﬂmmﬂaf;luLLﬂaqmuqqumﬂuaﬂNmﬂ NNNIFAANNAIUN

2

nssuumaleIendigenniutaunaylfgumgilumsdueseige (complex multi-step  processing)
Tuaaued; CCTO Tansziiumsie3eadiig (one-step processing) (Sinclair et al., 2002) fieasiiladidn
o3ngauazaefiluzegamaiifinhann (Ussana -200 4 300°C) desmaiieneliiaanunislums
Ussdnganfutazafionnsaldnuldludnaamgiiinheduuaslddunulumandaiicnas udilymouns
m3th CCTO inUszdvgiiludiiuiszy e mafiaunuuduasmsgadamaladianasn ﬁgq Tagenil
wanzandmiuiaaladdnainiihanlssivgiiludufungui 2 uas 3 msfidnaglugn 0.01-0.05 &
waaeNd 2.22 wazanuamsdnwanuiulylumsihiag ccto  andszdugidudunuilszg
(Kobayashi, Terasaki, 2005) FIULTAITIMNR 2.22 wuhantaneledianainzasiggaanlnde
CCTO/CaTi0, daaglunguiagiianinsouszdvsifluduiuiszgnasmuuuy XsR uaz X7R 1d Tos

Tagilduszaugannulszanguasnaniivsznauliuas BaTio, uas Pb(Sc, ,Ta, )0, Fidgnedasilla

o9

1/2
anlfuszavsiiudifulszaildfuadraundnmeluiagiu adsuisuduisgaenlnde
CCTO/CaTiO, wunmswasuulaswasmasiladiingdnues CCTO/CaTio, fip  1.0% Faflueii
vaaiigalunduisaiicninsalssvsifludufulssnasmuuuy X5k uas XTR Sansiianasiiladidn
a3nfiasiiludegamgiiinhenhindie duiumansaasulédh ccro/catio, safiuTagiidauiams
loddna3niiafigalungu X5R was X7R wasiiddnyasedamaiadonisg CCTO/CaTio, Todunuly
mawdasnhisguiiedulunduidendu ilasmniinssumawisuihe ludasmuanluGEswesany

auussenma uazldaamailumswisnimniniaanldssaugaminulszguuuaadn
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Class I

Class I1 Class III o
multilayer capaditer
bonndary layer
1 1 e —
100 ] B
20... B0 pm
mat.: | parselectric ferroelectric mat. ferroelectric mal.  |type 1 or
materials based on BaTid, doped BaTid, type 2
% 20 ... 200 1000 ... 16000 By = 10% as type 1or 2
tan & |02 .. 5107 10 ... 20-107 20 .. 50102 as fype 1or 2
c 1pF.-1nF 0,2 .. ¥ nF 10 ... 100 nF 10 pF 10 nF [type 1}
1nF.. 1 uF ltype 2)
P Oy + By oy + gy * 0y By + gy Oyt |0y + Oy, [0y
*polarzation mechanism

Mui 2.21 gadulszguuunAnnguae g (Moulson, Herbert, 2003)

M519N 2.6 Useandmwaeniiau3anes (volumetric efficiency) Waswasnui linanieusunasues

v g a v
TRIINIFERTATI AR

Fianasenulser Uj samaMmaamAY wdsmillidowi
3 U113 (Volumetric USams
(Capacitor type) 3 3
efficiency) (LLF cm") (mJem”)
Electrolytics
Aluminium 10 500
Tantalum chip 600 30
Double layer carbon(Supercapacitors) ~3><106 ~2,500
Polymer film
Wound 0.02-2 1-10
Multilayer polymer ~5 ~1
Single layer ceramic
NP0/C0G ~10" 0.25
Z5U/Y5V 8x10° 15
Ceramic multilayer
NPO/CO0G 0.5 1.5
X7R 30 35
Z5U/Y5V 300 40
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@391 2.7 siawasauiulszgngud 2 waz 3 dmsumsidanldnuludgamaiiong g Tugams

wWasuulasasianuglnihen g

' - . msl,ﬂ?iﬂuuﬂa\ma\whmwaﬂwﬁh
EIA Code F1aunad (°C) EIA Coded
Y (%)
X5 -55 09 +85 D +33
X7 -55 DN +125 E t47
X8 -55 §4 +150 F t75
Y5 -30 94 +85 P + 10
Z5 +10 94 +85 R + 15
S t 22
T -33 D9 +22
U -56 D9 +22
Y, -82 TN +22

(Moulson, Herbert, 2003)
nanawmn EIA (Electronics Industries Alliance) Codes D-R ﬁamju 2 ae EIA Codes S-V ﬁaﬂq':u 3
dhashs 1y Z5U fa dafuszang 3 Adasmsldnulugsgamaii 10 °C 84 85°C wazdims
wasuwlasasemanuglih iy -56% 81 +229%
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| | | Ha _
~ ceramic ca pacitors LJ‘ .
10* at 1 kHz : E -_‘-L_i”'
= @ 220K [
- 2 240 K .
& 260 K e
A 280K : S T |
I W00k Bi Z5U,Y5V F I
fi CCT-CT-1-i ¥ i high dielectric
i 3 (Ca,Cu,T0,,)} [ capacitor
- X5R, X7R ]
i A C ]
2 temperature
10 —  compensating =
- capacitor | | | G .
-4 -3 -2 -1
10 10 10 10
tand

il 2.22 mmﬁuﬁ’uﬁs:wjﬁq@hmﬁlmﬁLﬁﬂm'%ﬂua:@hl,musti'?laamigfgLﬁﬂmqlﬂﬁﬁﬂm%ﬂ 289
Saquniinladidneiniilfussavsiudifulazs uasanuiululdlumsihagunin
maulwdn CCTO/CaTiO, (CCT-CT-1 #38 Ca,Cu,Ti,0,,) Miszdugiiuaiiuisn :
(A) CaTiO,, (B) BaTiO,, (C) Pb(Sc, ,Ta, ,)0,, (D) Pb(Ma, ,Nb, .)O,, (E) CCTO, (F)
CaCu, o,Mn, ,,Ti,O,,, (G) CaCu,,,Mn,,Ti,O0,,, (H) Ca,,Na,,Cu,Ti,0,,, (1)
Ca,,Lla,,.Cu,Ti,0,,, (J) Ca,,.Sr,,.,Cu,Ti,0,, (K) CaCu,Ti, Sn,,0,, uwaz (L)
CaCu, ..Zn, ./ Ti,O,, (Kobayashi, Terasaki, 2005)

wannnmsdszandldnuiagladidnasnlumsuszdugiliudifudszauan dasnansathinlem

Wudessiugnedidnnseiindiardey fe SaUseAusanud) (memory  devices) aidy DRAM

(Dynamic Random Access Memory) #uifluvihsamnuiiifianuags Taalassadumelutsznaudas

nuTaeasuartunasiuiulsey (capacitance layer) datiumstiufindayaasuy DRAM Adamsde

Uszgllih ldulilumaduasdufuszatiues udmsiimeluy DRAM Usznaudsmadunsdufiulss

Fonliidymifmiumshiuessduilaunanimsguydemeladidnadnifedu (Waser, 2003)

FaiumswanngUnssi DRAM Sedasanniagladidnasnaugiuludhs anuqluihususadduiu

Uszalaglu DRAM sansadnnalddaaums
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Cs =€ As (2.4)

'
tphys

Wa C, Apamiylwihwewgadauiudszgly DRAM, £ Aamasiiladidanainvasidgmhanyssivg

9
<

wadduiulsse, A deluiifnuasdiininge wos e faanumnzaswasiuleddnasnmeluwad
Nnaumsi 2.4 wuhddasmaiiisenuylwihseusadly  DRAM daaiuiiuiiuasdidninsauazan
anuvnadmiulsamelu DRAM uazldiaqladidna3niiimasiiladidna3ngeuazanansonion
Huldnnld wdlumsldnuluilgiuiedasms DRAM Tufznaidninn deiudelimansoiuiiuil
289818nTn30 maiiudanugliihniely DRAM Sadasmsiagitiidaeiiladidnainiigannan
Uszdufiilumad MlimewannuSulpsniaaes DRAM duiilasananmsdunu CCTO uaz LTNO
inliiaadananilasuanusuladluaghannlumsfiashinussdugifugaddifulszaly DRAM
ilasnniagiiiaailadidnasngslasmmeatais cCTO mansawnienliagluzluasiiduunldlos
wodnssumaladianaindnsiisnusasmiiawduyniszmsuazimasiiladidnainagluzin 10°-10°
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NN 3 I9NI1sNeaad

3.1 MIduAIZHIAnEIuaY CCTO
msfuansiiageymasziuinTuzes ccTo lumideilldlfizmswieulasisaseie 3 33
72 5lzalaauuuinite (PVA-sol gel solution) 3520 (egg  white) wazidnadinasidedau
(polymerized complex method) Tﬂﬂimaztﬁﬂmaﬁ%'mim'%ﬂuLwiaﬁ%'aqﬂlﬁé’wialﬂff
3.1.1 Jslgawauuuiiie
sssduildlunssumsdaensiisgus ccto  Tegislaamauuuiiiie  #a
poly(vinylalcohol) (PVA) (M, = 72,000), Cu(NO,),4H,0 (99.5%), Ca(NO,),4H,0 (99.9%) udz
Titanium(diisoproproxide) bis(2,4-pentanedionate) in 2-propanol (99%) Léu@glluﬂﬁm%m\lﬁ”)ﬂmil,ﬂ%ﬂu
Msazeuas PYA 5% luthudand Taseudeuriaaimdniiaamndi 80 °C aunssilaldiaalazaswad
wad Pva Mntudnlaasulansussansaady Ca(NO,),4H,0  Cu(NO,),4H,0 uazasazanslnm
iy avlumsazmadananil uazauatdaiiasiigamadl 100 °C Aunseialdinauis wauksiilagn
ilualiazidaauaniluwnunalsifigamaii 700 °C waz 800 °C luamediunm 8 Hlu
3.1.2  3dldwm
samsuildlunssuumsduansiisgue ccto Taedslden #a cu(NO,),4H,0
(99.5%), Ca(NO,),4H,0 (99.9%) uae Titanium(diisoproproxide) bis(2,4-pentanedionate) in 2-
propanol (999) uazldun Budumsiadendemsiadenasazaszaslazn (60 mL) °luﬁvm%qm'§ (40
mL) Tasaudsurswimdniigumgivasunssisldmsasansla nntudnlaaaulonzaasasoadu
Ca(NO,), 4H,0 Cu(NO,), 4H,0 wazasazag lnmiiiawy avlussaraeuasldemdnanil uazausg
daiilasfigumgdl 100 °C aunssnaldaauwis wawiildgmibluualiasdaauasinllwnuaalzi
aaumnil 700 °C uaz 800 °C Tummeafunm s #lus
3.1.3  IwadwasiFedau
amduildlunssnumsinansiiagus ccTo Tagiswadmasidedou fa ciic
acid (99.7%), ethylene glycol (99.5%), Cu(NO,),4H,0 (99.5%), Ca(NO,),4H,0 (99.9%) uac
Titanium(diisoproproxide) bis(2,4-pentanedionate) in 2-propanol (99%) Lénﬁ’umim%‘&mﬁ”mmim%‘ﬁm
81592818204 citric acid 14 ethylene glycol Tuans1au 4 : 16 laglua T,mﬂﬂuei"mmi\maimﬁﬂﬁqmwgﬁ
80 °C mniudinlesaulanzyasasnasy Ca(NO,),4H,0 Cu(NO,),4H,0 wazahsazanalnmiiian a9
Tumsaznadananil uazauatdaiiiosiigamgii 280 °C aunssiafalumalatiiiy wailldgn
ileuliwisiigamai 350 °C Wunm 1 il wauksitldgninluualvazdaausniluwnuaalmi
ﬁqmwgﬁ 600 °C, 700 °C uaz 800 °C lummeiilunm s #lu
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3.2 amsduansiidaguEndin CCTO

msfaengiiaguniin CCTo mnsaduanzilagEududsmaiiagaymanluues CCTO
ffuensilannmaedonna 3 351 ilutusudufiousunan Tasmasafadsusadunuuunuien
mnﬂ?uﬁwLﬁﬂaﬁﬂﬁmﬂmsﬁugﬂlﬂLmwﬁmﬁaﬁumw:ﬁi’aqmswﬁn CCTO ﬁqmwgﬁ 1100 °C Wutim
16 Hluslueimea

3.3 mduanziidnaymaszauinluzas LINO
msfuansiisgeumassduinlures LTNO lumiAdeiilaliismaedenlosizetehe 3 55
fa Algalwauuuiite (PVA-sol gel solution) I5MIFNEAINNANN5OY (thermal decomposition
method) waziowadwaslwlslada (polymer pyrolysis method) lagsieazidaanasIomsinsanunazis
aqulddsdaluil
3.3.1 J5lgamauuuiiie
samssuildlumsdaensaymainluzesidgus LTNO  Tngdslaamauuuitite fo
Ni(NO,),.6H,0 (99.9%), LiNO, (98%), Titanium(diisopropoxide) bis(2,4-pentanedionate) 75 wt%
in 2-propanol (C,H,,O,Ti) (99%), citric acid (C,H,O0,.H,0, 99%) Waz polyvinyl alcohol (PVA)
(I-CH,CHOH-n, M, = 72000) (3usiusemsio3onmsasarnund PVA uae citric acid Tuthusgnd
wazauatdaliiasfigamaii 200 °C  aunssialdiaalaniia Mntudulassulavsuasarsnidy
Ni(NO,), 6H,0, LiNO, uazesazaalnmiisuaslugisazana PVA Fanamil wazeausgdaiiiasdi
aoumindl 280 °C Mntluhwawisllauiigamgii 350 °C iflunan 1 Falue wausiildgninluualias
Baauaniluuaslmiiigamgiivszana 650 °C iflunm 10 Hala
3.3.2  AAMIEaIgmIMINANNITAYN
soaduiildlumsdaansiaymaniaas LTNO lae35lgataauuuiiie A
(CH,COO),Ni.4H,0 (99.0%), C,H,LiO,.2H,0 (97.0%) us8z Titanium(diisopropoxide) bis(2,4-
pentanedionate) 75 wi% in 2-propanol (C,H,,0,Ti) (99%) msnisusslaeiiaenaniiiliizms
w3sniaqueiifienuds Gududemsasasmsaadunsmuziioasluihuignd weshasazans
Fanamnilluunalnifigamgii 650 °C unm 10 Flus
3.3.3 Jswedwaslulslada
smcuiililumsduensiaymenlusasiagus LTNO  Teedswadwoaslwlslada
h Ni(NO,),.6H,0 (99.9%), LiNO, (98%), Titanium(diisopropoxide) bis(2,4-pentanedionate) 75
wi% in 2-propanol (C,,H,,0,Ti) (99%), (NH,),S,0, ua acrylic acid 3ugusamsazaaasniny
293 Ni(NO,),.6H,0 (99.9%), LiNO, (98%) uaz C, H,,0,Ti aalusnsazanauag acrylic acid ey
ﬁm%qw%’mé"mwéuu 70 : 30 Tpsthwiin damaaudsuriuiminagadaiilasiigamai 100 °C
nntudiumsesas 5% was (NH,),S,0, luhudans aslumsazmeuadleaauzaslavsuasansoidy
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a

niwhwailallauudsigamgil 350 °C Wunm 1 Flue wawiinlagnihllualvsudsauazily

u

upalningamgiivszana 700 °C Wunm 5 2l

3.4 AsduANeRidguEdin LTNO

msfaeneiiaguEniin LTNO sunsoduenzilagiEududismaiianaymainluzes LTNO
fFuanzildnnmaadonts 3 351 ildusuidudoudunay Tasmssafameusuduuuuunuien
mnﬂy'uﬁwLﬁﬂmsﬁlﬁmnmsﬁugﬂlﬂLmmﬁntﬁaé’umwxﬁi’aqms’]ﬁn LTNO ludwgmumgii  1200-
1280 °C luanmenilunm 4 Hala

SMTuMSeSENIFaRILaIaaLETINN NiO ﬂziuﬁ'uq @8 (Li,Fe)NiO, (Li,ADNIO, @
(Li,V)NiO Idwdealagismsmariiudiasuasasduain C,H,,0,Ti ilu Fe(NO,),.9H,0,
C,,H,,0.V uaz C,H,0,Al MN&IGU

3.5 msm%auiaqmuax’iaqmswa‘in CCTO-LTNO i lupanlnge

JaQHe CCTO-LTNO 1nluaanlndn azia3anaiedsuninuuuaauds (conventional powder

processing route) g lEdandndlu (1-x)CCTO-xLTNO lag# 0.10 < x < 0.5 Tumsiaseuyhlae
M3t 3aqee CCTO wannu LTNO lTuesusauazinmsuasiagnue zr0, Wunan 12 #lue Mniy
ilagaanlndazes CCTO-LTNO Wlvudis eucsuauazsauialilaiagie CCTO-LTNO wnlu

= @ a & o o < S & ' v & v v
nanlwdn  Jaguunluranlndanlagmiluzuguidudawiunay  Tagmsgadiameusuauuuunny
e waztenuiinfigamnil 1100 °C Tusimeadunm 6 uaz 16 2lug

3.6 MIFUATIHIANTIAN CuO

MIFUANATAGENNN Cu0 MINTOFUANHLABENAUMENFUTTFNNZBIZBY CuO NHANY

a

< a v ° 4 ' Y v 1%
U3gNDge (99.999%) MNU3EN Cerac W lUBugUithudiawiunay Taamssaiiiadausauauuuuuny

q
v
L)

wen Nntwhllessnlannmstuglilenuiiniiedianiiaguniin Cuo Ngamnil 920-980 °C

b

<

Wuna 10 Hlusluame

3.7  M3AnwanuaEuaIidnua CCTO uag LTNO

3.7.1 TGA-DTA Yaqks CCTO fiduasildazgninindnndieimnaiia Thermogravimetric-
differential thermal analysis (TGA-DTA) Lﬁaﬂ‘szmmqmwgﬁwmmiaamﬁa (decomposition) WazM3
wWasuuasmd (phase change) Aihanuliiaamsdunaniivionls Toslumsnaaas ueiaafateas
anlianudoudssanmsiiingamail 10-20 °‘C/anil luseaamgii 20-1000 °C
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3.7.2  X-ray diffraction (XRD) tnaila XRD asgnldiiveviinauaslasendn (crystal phase
identification) azeNUIZANUUNIAYBINEN (crystallite side, D) lalogNansanan line broadening V8N

in XRD 7iiaduuazldaumsvas Scherrer (Scherrer formula) UM D 210

kA

Togd O dayudeauy, A Aeenuemeduuas X-ray (lunsdies CuKy, A =0.15406) k Aaasi

(=0.89) waz B @@ line width at half maximum (LWHM) %4

B =B - B (3.2)

Tog B, uaz B #a LWHM anfia X-ray fidalauaznndniwazawaiaiis (Jalasldiagaau
Wey) mMusIau

3.7.3  Raman Spectroscopy (RS) tnaila RS laAnwmasdlssnaumauazlnseaineadian

v
a

3.7.4 FT-Infared Spectroscopy (FT-IR) lﬁ'ﬁm%’uﬁﬂmLﬁ'amﬁagaL%mmmmﬁ'mﬁ’m%ﬁ
Tuanafiganduseddurhisahimaiiuiussiuiuiin . wasfwendayamalassanasasuisdnde

3.7.5 SEM uaz TEM weila SEM uaz TEM ld§msumzinaaymauasansnsdyg
ENPRIIAN

3.8 MiAnwanuuzadidn CCTO, LTNO uas CCTO-LTNO inlunaulndaiithunsiunuiin

SanuiiadenldazgminndaduguasAnung@nssumsienuiin (sintering) 9989 CCTO 18N
wiinfigamgdl  1000-1200°C  luewma funm 16 #lus Teslddanmsaauaziingumniion 1
(~ 3 °‘C/nil) @ LTNO wnuiinfigamgiivszanas 1280 °c lusmeadiunm 4 #lus Tosldsan
mmﬁmazamaqqmwgﬁ 3 °C/wfi wariag CCTO-LTNO wluaanlwde meﬁn‘ﬁ'qmwgﬁﬂizmm
1100°C Tusmendiunm 12 il i’aqﬁlchumSLmwﬁﬂu,é"mxgﬂﬁﬂmé'ﬂwmﬂmﬂmﬂﬁﬂ XRD, Raman
Spectroscopy Waxiagmneiitdenldazgninludnmnlasaaameeama (microstructure) losmaiia

SEM (es TEM
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va a g a o A o o v
3.9 ﬂ’l‘iﬁmen ﬂN‘UGm’NVLﬂa LaNAINUYBI EW! tAIININ tGl'iElNlGl

luduilazimsAnmnmsnausuaimsledidnesnuasiagiwieulelosldinafia  Impedance
analysis U8z Board-band dielectric spectrometry uazdnwnazasguugiidamesiladianasn (') uaz

Anwineueiguu)iiaaa los tangent (tand) NANND 100 Hz i 1 MHz fihateamsdu (oscillation
voltage) 1 Taad laglagampniilug -50 8 200 °C

3.10 M3IANYIANEWAYY heat treatment Haduinneladiannsn

MIANHIBNENAYBN heat treatment 118N annealing 3G CCTO, LTNO uaz CCTO-LTNO
wlupsuTwdaiihumsunwiinud Tuussnmeadmies wu odnau waz/vialulasiau figamgd
1000 °C a1eafuy 5, 10, 15 $1la9 mnﬁy'uﬁﬂmﬁﬂmmﬁlﬂ&ﬁﬂm%uamﬂ%aum‘%auﬁ’ui’aqﬁlﬂ@?

N heat treatment

3.11 msAnwanswarasauAuGasainmaladidnain
mafnmdnswarasenuaudaanianeledidnadnilesmsiaauiameledidnasnuasian

CCTO, LTNO Wa¢ CCTO-LTNO wnluponlwdaiitnumsuneiinudd wazshumsienuiinuas heat

eatment  loglFazuuinladidnadnmeldusuduunudeniougainiasiiadausudunuuuniien

. . 4
(uniaxial compressonometer)

3.12 m‘ﬁLﬂs1zﬁﬁa§an1swmaaqLﬁﬂuﬁquvﬁLﬁaa‘ﬁ‘mﬂnavlnmsﬁmmﬁlmﬁtﬁnm‘%ﬂﬁga
Tudheilasimsmsiensidayemmassaisuiisuiuidmguiiiessanalomsiisaail
ladidnm3niigaannluiagndy CCTO LTNO waz CCTO-LTNO wnlunanlnda lasazfiasonainua
M5IA dielectric dispersion (€' waz €'") uaztfisunuwuuiaenezas Cole-Cole WaLUUaneEY Wy
Maxwell-Wagner model %38 Internal boundary barrier capacitors (IBLC) model Lﬁ'amaaaaqu&ﬂsm
maladidnainuazaninsnasnenalnmsiisasiiladdnainiiguannluiagnduilld

4 o v a 2 Ao A Na o A s N o .
e Iag HWAL.AT.50ANT INUTTY MAINAEnd amgInemndaas unInoaosos
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UNi 4 waniIsigwazanusrgua

Tunissiildjaiufiaz@nmausuiamaledidnainuasuSulpaudamaledidnainuasian
(35780 CCTO, (Li,Ti)NiO sauﬁ”’ﬁaqmiﬂﬁﬂ NiO ﬂ&juﬁ'u 9 waz Jagaanlndn CCTO-LTNO aapnau
Jaqusiin coo Afamuuigndgs  islildtaauniniidaniameladdnainfidueaminzuins
Ussgndldnulugeamnssudidnnsaiing wamsiselulasemsilldutsaanidiu 4 drumunduuasian
ninee g saaaluil

4.1 asaidnledidnainzasisnuuadin CaCu,Ti,0,, (CCTO) esaalagiznaindioa o
4.1.1  Jdawdn CaCu,Ti,0,, (CCTO) iwsealagiznadnasidaton

msdeniaque ccTo  lasiswadwasindauiismaeiaumsmaaiiianunse
Fuansiiaquaifisnaaymeadnluszduinlumas uasfinsnssnadmodnatinaua Tosa1de
Taswhewedimaduag ethylene glycol lumsadelosauatlansansasnuiuanasllmudasiudiunulya
flazAaliiinesdsznaures CCTO wawsdasiilloaaunaslavznsznaagmeluageaiiaue
Fnanilazgmirouuisiigamail 350 °C Wunm 1 %l washlu@nmnmsamadimnanudauds
mAfia TG/DTA atszanaggumniiuaalaifivnanzay dwaaslumwil 4.1 magadaxamsas
aadmnlurgumgiviasdegamgiivssana 500 °C msgtyLﬁﬂé’qﬂzinﬁvl,ﬁﬂmﬂm‘samﬂé’fmmﬁvw
waranssznaudunidens | Miedasiumanadwes igamgiigen 500 °C mamsinmsilasuuiag
Hasann Fuhsgamafidinanimahasiuisgaugidamnsoiliifawsussnsisznay ccTo
Falmadeluduifudantseamgimauaalmiluing 600-800 °C unm 8 #lus wamsdnm
Tassaundnuasiaqgus CCTO fshumsuaalrifigamaions ) uaasdannil 4.2 womsnaaaawu
Jaque CCTO aansadanievilalagldmsiasanisgualasiinadimasizedon uatdinaiomadaly
Tufaars Aaiauns CaTio, CuO uar Tio, Mnsluuumadmiuurassidiandluianmainsossyle
Naqus ccTo Flassadauuugnmnad masiidnassiaqeusiitiumsunalxifiaamgi 600 °C 700

o o

C waz 800 °‘C  ansodmwislanngduuumsideiuuuasiiUszann 7.374£0.002 A

7.389+0.001 A wae 7.398+0.002 A @mNaI9U
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5 T T T T 100

- 80
- 60
- 40
L 20

DTA (uV)

0

% Weight loss

--20

- -40

-35 T T T T -60
0 200 400 600 800 1000

Temperature (°C)

M 4.1 mssanadmeannsauludnguugivias i 1000 °C 2avwauisnivsznausialoasues
Tavizamnudadiuuauluayes CaCu,Ti,0,, wazlasenawadiuasuas ethylene glycol

(220

(422)

Intensity (a.u)
{400)

26 (°)

M 4.2 gUuuumsiaeueasadendluiague CCTo fehumsuealzifigamgi (n) 600 °C
(7) 700 °C wdz (A) 800 °C Wuna 8 #alus (+ CaTiO,, * CuO, A Anatese TiO, Uaz R

Rutile TiO,)
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(422)

* (220)
(013)
(211)
(321)
(400)

- (211)

 (440)
(433

el ] e J j e ,(|(el|)

intensity (a.u.)

: :fl’.‘l.T J.L ITI s (1)

10 20 30 40 50 60 70 80
26 ()

M 4.3 sUkuumsdguueesstdiendluiaguniin CCTO NuUMsIKTENY
9

[ & 4 J g a oal
Wune 16 il lesdeansdnnidgueiidiumsuaa loifigum
(7) 700 °C waz (») 800°C 1Wuna 8 21lus (+ CaTio, Uaz * CuO)

fages CCTO fikhumauaalniiigamgficne q dldgmilunaiinfigamad 1100
Hlunm 16 Tl Saauniniiduansilddnanigninludnunlasahendnlasmaiia XRD &
waaslumndl 4.3 ndmnmaunwiin wadatues Tio, limmnsawuldlugluuumadmuunesid
wndlufaqueniin CCTO uaziadatupas CaTio, uaz Cuo FUSnaiiaaaaiiuagemnn dauaadly
mwﬁ 4.3(2) uaz 4.3(a) Tmm%"wmmamﬂwaﬁaqm (mwﬁ 4.4(n)-4.3(1)) LLazﬁ'aqwmﬁn
(mw*?'i 4. 4(9)-4.3(2)) CCTO gndnwmemnaila SEM uaz TEM S’aqmﬁé‘fﬁLﬂ'ﬁﬁxﬁlé’?\nﬂﬂﬁl,malﬁﬁ
figaumgiicne ) fimamenudfueaseymeausziinnaegluzin 50-400 nm lassnaeymadiunliu
lvajiunugamgiizasmsuasladiiiniu nnmsdnnanvausyesaymandeglfinaiia TEM s
uaaslumwit 4.5 WuNBaUMARY CCTO ﬁvhuﬂwsmmﬂal‘zrﬁﬁqmwgﬁ 600 °C 700 °C udz 800 °C i
2N0sza0 30.9£7.8 nm 58.7445.4 nm Waw 85.3£39.9 nm mudeu Tagedananiliielndides
fushiisnnaldnnsluuumaidsiuresiidiandluian laseiidunaldiisszan 43.8:15.6
55.4£20.1 WAL 70.9422.6 nm §mIUTIQHINIIIN MuSIFY dnvasiuiediaqnin uaaads
mwﬁ 4.4N)-4.4(7) qua%'wmqagamﬂﬂi:nauﬁ'wmiu (grain) wazudULNIU (grain boundary) Tog
nnansuRdsrasiaguniniduanzinniaguiiitumsuasladiigamali 600 'C 700 °C way

800 °C AUszanne 11.924.0 [Im 14.846.2 Wm Uaz 10.8+4.5 Lm NSO
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MWl 4.4 Mwee SEM 2adaamaiinumsuealainaamad (n) 600 (7) 700 uas () 800 °C
Wunm 8 #lue uazmweny SEM 2893aquaiin CCTO fidatanzsiannianeaisums
upalxifNgamnil (1) 600 °C (3) 700°C uaz () 800 °C
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M 4.5 Mwery TEM °z|aﬁaamqﬁﬁwuﬂWSLLﬂalwﬁ“qmwQﬁ (n) 600 °C (?) 700 °C uaz
(A) 800 °C Wunan 8 Flaa

Saquniin cCTO fshumsdnnlasiaiundnuazlasiaiumaamademaiia XRD
woz SEM gminndnmnaniameledidnainiianuiuazaamaiions | dauaadlumni 4.6 Jaquiin
CCTO Afaanzildnniswadwasiiedauiidaiiladidnnin (&) figann Tasfidaglusziunas
10" Tasfumitlndidestumitldnniaauniin ccTo iduanzilosidmaudauuuuaada (Solid
State Reaction Method) mnmsswmun&juuﬁﬂwm Subramanian az@AE (Subramanian et al., 2000;
2002) Bnied €' SmsFsuntasiugumpiivasanuiiesnn fauaniadinanidfunisly
aamaiandasmsdmiumsiniaglussandifiudifulss uazgunsalamad wu usw Tugeanud

100 kHz-1 MHz e €' fimanatadesais ngdnssumaladianasnasnail Seningdnssums

Houaaameladilanasn (Dielectric  relaxation) laafanude a1 €' Nigudatuiissainlalwaluih
Imsaauauasn Iniaainn vsalelwalWihdnarannwadmsunsnauiamuany Wi weiie

v
=

aNudiNINIY Mmadsuiidmuanalnihzacdelwaiezulazinau lalwalwihdlnaluiag
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wiinldansodsunalamumnaluih asiumsaavaussmaladidna3nielicanas Msanas
pENNRUNAUYRIM € naztiadunsan ) numsiiaiazesa £ asuaaslumwmesuzniiazesnin
1 4.6 ({BINNAMNHNYDIN INADDIVY WU NVBINMTANNBENAUNT UV € Uasduntiaiazad

m £’ fimsedauianuiamerasanudanu Wihiiniy ngdnssunmaladidnasnasnanil Beah
m3tiauamameladianainiignnszduaieannIou (thermally activated dielectric relaxation) Tuzs

anrdreadNNIni 100 Hz - 1 kHz e € wazeng’’ faiinannduiiaanuduasanulnihi
& Vg P a a o ) A a & a g a
anad lagnaluaznuinllunatiiasnandndwazesmsinlniinssuaaseiiiodululadidnasa
(Wu et al., 2002) laganaiennmstadauivaslszaniveiueaunsuiiantamelwibiduaw
Watheunutnsy (Sinclair et al., 2002; Chung et al., 2004; Adams et al., 2002; 2006) AIUY NN
A ladidndnigannuadidqusiin CCTO Fudaiiiennwginssumalwihivaumnsuy tudaiie

malwanlsgunalwihfizeuinsueesiagunin CCTO Zaiwalagasides @ €’

TegandeanuFunusaInazaImMsHaueay (T) Nu anudzasdnyluihannauns

w 2mfy (4.1)

a

aansadnamea T Naumgioeq la lae £ Aeanudvasenulnih a dunisiiezes €7 64

u

waoslunmwi 4.7 mswdsuudasssan T Augaugiingdnssuiilulumungues Armhenius 09
GHIRh

T =T,exp (%}

(4.2)
dia E, Aamwanunszqulunssuiumsiauamamaladianain k, Ao eafiyes Boltzmann ua
T Aegampilumieiais namsnassswuhmndanunseduilldlunszuiumsiauamens
laddnasnludaawsiin CCTO ‘ﬁé’fﬁLﬂswzﬁmni’aqmﬁchummﬂavl,%ﬁﬁqquﬁ 600°C 700°C uaz
800 °C fifuhiuniaudiate #e 0.116 ev  amasnuidnalaislndideasiuamildannms
swmmwamzﬁu'ﬁ%’ﬂﬁ'uﬂ ﬁﬂ@hagﬂu“&aq 0.06-0.130 eV (Sinclair et al., 2002; Zhang et al., 2005;
Shao et al., 2006; Liu et al., 2006) ewasnuimmnaldwmiliamiiuansiuiisadnias Tasaa
HAMNANNUANANAUTDINIZUIUM IO sawﬁqqmwgﬁu,amawaqmil,mm‘iﬂ Fedenanaiiinai
USinarasnwasaanduuiiiesululasiads waslddamadasuiameluihuazaniamaeladidnasn
289791 CCTO
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100004

ti
£~

| A00C
10001 “:ﬂ total dheleciric response
& 300G L
| =w—<0"C
| 107 iy
1m Lok o . 0 —— T T e
100 1k 10k 100k ™ 100 1k 10k 100% 1M
Freqeuncy(Hz) Frequency(Hz)
() 10000 15000

100 1 10k 100k 1M 100 1k 10k 100k 1M
Freqeuncy(Hz)

- %
grain contribution to ‘."‘]},

10001 | o o |!he total dielctric response

G
——MC
& A0
100
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4.1.2  Jaguniin CaCu,Ti,0,, (CCTO) Hn3uulanis PVA Tuaaa

Tasvhawadwasildnitlansuvaslazuzanseadu @a poly(vinyl alcohol) (PVA)
awpdwesuawasy PVA fifilasaunaslavznsznsagmelussaminanagninlud@nnnsamsd
yenusoudemaiia TG/DTA  ileUsznagngumgiuaaloiivmnzay dasadunwil 4.8
wodnssumsameiimeanudauiisnuasiithannmaadsulasiswadiwesdutau nania magade
wamssfenuly 2 egumvgi lutgumgivasfegamgiivszana 500 °C uast 500-700 °C
wamsEuaifigamgiigind 700 °C dulunuideluduiliudandgumginmsuaalmilus
700-800 °C Wuna 8 il wamsdnmnlassaiiudnuazmaifamlanss CCTO ishumsuaalmi
ﬁqmwgﬁdw 7 waANEIMNG 4.9(n) wuiniazesssusznavaan CaCu,Ti,0,, 131508900 L6
mﬂgﬂuuumstgﬂaLuuwaq%’qﬁmnﬁ wiaietuees CaTio, Cu0 waz Tio, dawuluuSmnaiiann
nngluuumaidsiuurasisiendluiaamainsaszyléhiaam ccto  flassaauuugnuard
@hm‘ﬁlmﬁﬂwaﬁaqm CCTO ﬁmummﬂal‘ziﬁﬁ'qmwgﬁ 700 °C waz 800 ‘C aansadnnmlann
sUnuuMsEmUuLasimUszana 7.373£0.002 A WAy 7.390£0.002 A muddu aslafionu
fuiisamdatunas caTio, whiiuiaansadunaldlufaquninfshumsunuinfigumafi 1100 °C
Wuner 16 e daudaslumni 4.9(2) drasindniicinalade  7.387:0.003 A uaz
7.38840.003 A dwiuTaqueniin CCTO fuanzinniaguaiithumaunalmifigamgi 700 °C uas
800 °C MuEIAU MWNEIFNKHI CCTO LEONAINMWT 4.10(n) wd 4.10(2) YaaradznaUszainm
100-200 nm lanadumegamenasisanin CCTO  Aduanzinniagueiishumsunaaluii
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MW 4.10 Mwehe SEM 28938k CCTO fishumsuaalzildi (n) 700 °C uaz (2) 800 °C tlunm
8 Hilae uasiuizesidgwin CCTO fishumsunwriinfigamad 1100 °C W 16
Ml Fensinnianiiumsuealaingamgil (a) 700 °C waz (1) 800 °C
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TaseasNNgamamemain XRD waz SEM thm?iﬂmauﬁ’ﬁmqlm5L§ﬂﬂ%ﬂﬁmmﬁuazqmwgﬁ
69 Fauaaslumwil 4.11 Yaquniin cCTo fiduansilddnanilisaiiladidngsn (€' figenn
Toafdagluszduans 10°-10° fianud 100 Hz laallumillndidssiumilldnniaquniin ccTo i
Fuaneilas B anaanILuuGudn (Solid  State  Reaction  Method) MNMITBNUNGHUINLES

Subramanian WazAMs (Subramanian et al, 2000; 2002) uazfiaNNdGINaN dan € NgannTag
WA CCTO NFLANRNNITNRWasBedaur aehalsnanue € imsudsuulaanuanudnnnh
[ a o Is ad a Ja v v ] A ' v P P PPN
dquaiin CCTO NduazinIswadwasizgedou Taam € ficanataddaiiauiianudiiiuan
d‘!’ =S va o 1 dw [ A v ) (% o @ ¢ % < [] a
2u Mauanidainanibilduindesnsdimiunsiniaeludssgndiluduiulszy Tugnenud
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AND 100 Hz - 1 kHz e € wazan €7 Haninmnnduilannuduasdny ninanae aautluua
tiasnnndnswarasmsihlwihnszusassiiieiuluiagledidnasn (Wu et al., 2002)
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ANNINITINOFB L'Jﬁ’]‘llﬂﬁﬂ']’iﬂjﬂuﬂa’lﬂﬂ'l\ﬂﬂaLgﬂGl%ﬂLLﬂZﬂﬂ'\WﬁWIW‘W’]ﬂ’SBLLﬂGl’N

] 4
J =]

(0,) Tigungiiens ) aansamnulaasanmsi 4.1 uas 4.3 a3l
Jde = E[;{UE." (4.3)

MUY AFALUMNG 4.12(0) wag 4.12(2) mmﬂﬁauuﬂmﬁ’uqmwgﬁwaqnmﬂmmssjauﬂmﬂ
maladianasouazanmwih lniinszuaasululumungues Arhenius  G9auNISN 4.2 uaz 4.4

MNAINU

ksT. (4.0)

mﬂmmé’uﬁuﬁ"@qLﬁuwmmsmﬁ'ﬂuuﬂmﬁuqmwgﬁwmnawmm‘sciauﬂmﬂmﬂﬂﬁLﬁﬂm%mLazamw
lWihnszuanss  amasnunszguamiunszuiumsiauaaemaladidnadn (E,) wazmsihlnih
n3zuanse (E,) anansadunnld wazagllddamsad 4.1 Tasmdauuuiassiauamemsladidngsn
289 Maxwell-Wagner  polarization ~ Nwautnsu wiafidant mslwalswdunvuiindudanely

(interfacial polarization) §IN50uFaa e (Liu et al., 2006)
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_ RgRgDECQ %+ Cgb]

T

Rg + Rg,'_]

(4.5)

Wia R, uaz R, ADANNIUMUIBLNTULSLLBUNTY C, uas C,, Aamanaylnihraswaunsuuazaau

AU ANEINU NEEMIANWUT R, uae C, U@annad1 R uae C, 30 (Sinclair et al., 2002)

A9ty NN 4.5 aransodeulvaiiy

EER:gfg }Cgb -1

Cav
g Cg

(4.6)

t) Tg ﬁanammmsw'auﬂmmlaqmsma‘uaummﬂmﬁLﬁﬂm%ﬂﬁLﬁﬂﬁumﬂiumsu AMNNINITINAIDN

wuh @ C, udz C, linasuudaaiuaumgil (Sinclair et al., 2002) AIUY FNNTN 4.2 S3N0AEY

Twailaaail

t=RigCygb=19 Cgb/C,g =Cgb/C.g 7,90 expE,g/k,B T (4.7)

NaNmMsh 4.7 aziulan nemsiauearsmsladidnasnuazamuihluibhnssugaseiiioduluisg

AN CCTO  AMsudguulasmuaunniinmlouny 298a0AaINUKINITNANBIAIAITING 4.1

AMWaIUNTERUNNEIAINlnaLAseny Gety nwanIsnaassainald asnsaagulainnsiian

M ladlana3niiganngas CCTO  avaziianudunusnumsih lninszusasesiiiezuluiag

00AaNNUNTELIUMS LW LSt uuuu i drae Ty

MG 4.1 wasunszRuEmMSUnsTLIUMsHauamanaladanasn uazmsihlWihnszusnse

CCTO mﬁﬁﬂﬁamswﬁmn"iaqmtma

WAINUNTEAU (eV)

P a o
lminaamgiicing (E,) (E,)
700 °C 0.122 0.132
800 °C 0.122 0.112
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4.1.3 @i CaCu,Ti,0,, (CCTO) fin3aulaeislium

Tudurasmsnaassilaldlasuhevamadimessssumi Tagldldmmunilasiheves
WaAMBSTHIIN PVA Uz ethylene  glycol Budumsiaionlasusaniuazldenlusondn 2 da 3
wirnniRudunieluameaslesaulanzaslumudadiusnuluaiazannsaio Cacu,Ti,0,, 16
waursasllsduldeniilossuvaslonsnssnaagmealusinmhiauagmi lld@nmmsaaadme
anufaudiemaiin TG/DTA  iiledssinadngamgiuaslnifuanzay duaaddumwil = 4.13
WYRNTINMTTNHFIMIANNIBUT SN YA NM SO IINTERNERENUAN nsNAaNIaasENAN
fgamgivszanas 350 °C waiinssudananiuedh maiamasas CCTO amauialdfigamgiisnni
Nasedsfikun Wismsnadrawdnannasinh adlsimaitadlumsSsuiisunamsnaassiu
maadsnnsaasis s dumadeludhuitudandsgumginiauaalmiluin 700-800 °C
flunm 8 #lue namsdnnlasadaudnuazmaiamaass CCTO Asumsuaslaifiguvniione g
WaARGIMWA 4.14(n) wuh ilgzasansusznavsanlsl CaCu,Ti,0,, Musodunaldnnzluuums
deuzasidiend uiwaFeuuves CaTiO, CuO uaz TiO, danuluySanaiiann Nnsduuums
deunzasiidandluiaguesansnszyldhiagus ccTo filassahauuugnunad easiindnuasiag
k9 CCTO fienumsuaalaiigamad 700 °C uas 800 °C sansadnaldnngiuuumadiuy
uazileszanm 7.374+0.002 A uay 7.390+0.001 A mudeu adelsnau Hisunsdaluzas

o

CuO whiuiiamnsadanalaluiaguniinfithumsuenniinfigamgii 1100 °C Wluna 16 #2lag
Fuanzinniaguanithunsuaalsingamvail 800 °C asuaaslunni 4.14(2) mesindnidwula
A1 7.38840.001 A uaz 7.39320.001 A §WSUIFQUEINN CCTO  NFUATILHNNTIQRINKIY

m3waalaifiguugil 700 °C uaz 800 °C MUAAU

Weight Loss (%)
(A1) via

=80

200 400 600 800 1000
Temperature (°C)

MWl 4.13 MIFana@mNNeNNTauaRauitluggau)ies S 1000 °C Nivsznaudialasay
yalavemndadiuduiulueses CaCu,Ti,0,, UdsWaANDS PVA

62



)

(220)
=

(220)

(125)
(440)
(433)

3 _
L -
% +‘ - L ad g e e
2 4 5 - 8 § g
& a = - = =&
- -— (=1 V"] o)
£ . T N, (FT TS 4 - 3
._._._._,_._,,_._.,._,_,_._._.-w-‘l -vl-_il L P L—."l__._._._o\__. | PR W — - . : == g
* 7 |
A b oA CCTO_EWT700 * |
S\, A S  — A\ e - A
v T v T L) T v T v T L T v 1 T T T T T T 1
10 20 30 40 50 60 70 80 10 20 30 40 50 60 70 80
20(Degree) 20(Degree)

M 4.14 JULUUNSIEEILUNYEISFBNTaas (0) TAQRIEEY CCTO FINNIRauInauLaa gl
nesenlagislion waz () Jaqunin CCTO  Nduanzinnianueiikunsuaalzy
=1

Nauunil 700 °C uaz 800 °C (+ CaTiO,, * CuO, ud¥ A Anatese TiO,)

NAMNOY SEM waz TEM waﬁaqm CCTO LLamﬁqmwﬁ 4.15(n)- 4.15(2) use
MW 4.16(0)-  4.16(2) NG wuiﬁaqmﬁwmﬂimﬁ?uLﬁ'aﬁ'qqumummﬂal%ﬁLﬁuﬁu
PNMNEY TEM  wuhiaqesaes CCTO  fisumsuaalmifigomgil 700 °C waz 800 °C fiuung
Usanol 56.747.9 nm  Way 84.9+15.3 nm My laseaamegamazasiaquenin CCTO
Fuansinniaqueiikiumsuaslzdiigamad 700 °C uar 800 °C wdaedamwil 4.15(A) uas
4.15(1) BNONTURABIBITIQENTNFaTiUsEaNl 12.047.8 14.7£4.2 m Udz 15.5£8.9 Lm

MNFIAU
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MWl 4.15 Mwehe SEM 283380k CCTO fishumsuaalzaldi (n) 700 °C uaz (2) 800 °C (dunm

8 i wazmweNy SEM  gasiuiiviihiaqusiin CCTO Numsknuiinigamail
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1100 °C Wunm 16 MlwidaNsinnisguanchumsuaalaningamgil () 700 °C
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2NN 4.16 MWae TEM ﬂamaqmwmumsuﬂavl‘nﬁwqmwgu (n) 700 °C waz (A) 800 C Wunm
8 Falug

64



maldsunlasiuanudzesa € was € NgaumgiianNg  uaaNaemIwi 4.17
wydnssumsuasuulasnuanudeesiaguaniin CCTO Miwsannnislianianvaciaaranuiznesd

wasidedou i & fimsnldsuulasmuenudifasinnlugn 100 Hz - 100 kHz Wo@nssumstau
aanamaladidnainludenuigaidnuasindesuinuluiaguniin ccto  fw3eulasi’s pva
wo wodwefiiedou maidsuulasiuvismasiiaras &' fimadauduwmidllufiemaasanuii
guiudlaiingumgiinasmsia ewdsnunssdudmiunssuumatausmamaladidnainuasagurs
fin cCTO Aiduaneinniaquefishumsunalmifigumnii 700 °C waz 800 °C anansadwaildan
wqanssumﬂﬂ‘é‘ﬂuuﬂaqﬁ'nqm‘wgﬁwmnammmiojauﬂmﬂmqlﬂﬁLﬁﬂm%ﬂﬁﬁJulﬂmuﬂmm
Arrhenius G4l 4.18 wuh fidh 0.175 eV wax 0.210 ev iy Tasmwdsnudanani Jags
ahlufaquniin ccTo  fwdsnannnssedisichuan dideduaadennautidmeluihussiag
wahiianuuanaeiu a1 ST UMM ENRETY Y3819 RRANNANNUNNIBIE 1 TLAaTY
melunsuzesiaquniin ccTo  msliwadwaimnaiidediuarazdinademadulazaunsuly
dnwnuziicnadiy

manasulasiugamniinasd & uag and waaadmwii 4.19 wuhnae & uay
tand Hciuanndudilagaumnifivinanniu @ wnd (A 30 °C uar 1 kHz) wpsiaquniin CCTO Nidos
dathedianiiannnh 0.05 Fudusfimnsandwdumahlivssandldnuiudifulss dulu Jag
wniin ccTo MndeuldlumAdsiidslinmsnhlulssandldnuldae wesluduiiddoduac
fauazifuaseisiiasdasdnmndaly
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Oac = Tdc +Afﬁ (4.8)
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4.21 mwasnunszqumsih lihnssuanse Maunsueesiagueniin CCTO amnsomnulalaald
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Mwil 4.21 mswdsuwlasiugamgiizasmamwininihnszuanse Wuldaanguae Arhenius
= = = Y ac ' va ac a o a
4.1.4  Wlsudisunezaimsinisnmieddenn )  dadaiineladidneinvasiaauwadin
CCTO
Y v a [ Aoy a a s a o < 1Al =
wiIaquEn CCTO azluiagniicnasiladianasnfigunnuasiumnuasuulas
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4.22 usasANNFuRus sz asitladldne3nfienudde g fulassadramegamezasiaguaiin
CCTO fitndenlagiamsmaaiions q saiilananinudlumdad 4.1.1-4.1.3 snuaenlasaanems
qamalasnuzasiaquninmmumnsainnsilaci de

(1) Faq ccroadsnlasiswadmasidetou uaz ldun fisnuargmaunsuil
adetulasdnluajiisnuasdusunnvasy lusasiiag ccTo Mwdsalasds PVA fidnuasdaudig
newuddAsgUvnvasy Snvuziideudenandananildiadamssaduaunsuiiliuuuio uasinly
aiagwgu (Msdazavraansuiolaen) 1u71m$°7imsugﬂwﬂmﬁlﬂuﬂﬂﬁé’mlﬂuﬁaﬁﬁﬂiw

(2)  WNAYBANTUIFNGIDEN PVA  WadLNaIENdaY  uaz ldan  Hwedszan
13.5 10.8 waz 15.5 lulaswas muaau

(3) anwailmauinsurasisg cCTo fwiaulasislanniinssanuenguoymania
sunnadnivansadunaldagndanu Tasaadlumauss cuo  Aasawunnmsinnsvide
wmaiia XRD Taamhluiauas CuO sl’l’nLﬁﬂﬁwaumsuw%aﬁqmaqmimﬂsuﬁ%ﬂﬁ’u (Fang et al., 2006)
apuNUBaiag CCTO ndsulagiswodwasiiudaulimmsodunaiiiueymadu | doaadasiuma
XRD Alifiadaty 1uwmzﬁwamnsuwaﬁaq CCTO Mo3onlaeds PVA fimsiiaaainsi (necking)
tsilosasaieanuliauysazasmatnuiin wavas XRD asnnwumadauuzas CaTio, iniss Fea1a
wennmamemaliues Cu  (Wsanndrunadumaaiiansy CaCu,Ti,0,,) 5ﬂumﬂ@ﬂﬁ'ﬂﬂwaﬁaq
wniin CCTO nienlaeis PVA AENUIFAEIINN CCTO fifidasmmauail #a CaCu, Ti,0,, (MW
# 3.34 299 Shao et al., 2007) Faiumsiama CaTiO, uazmstinaatnsuaIvaztiannmMsmamaly

2N Cu L§ﬂﬁaﬂ1u53ﬂj10 MR
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MWl 4.22 ANNFNRUSIzINmMaflaBanainiienadane g nulaseasneyamesesigguniin
CaCu,Ti,0,, Ne3aulaaISmamaaiienanu (n) PVA (7) wadwasidedau uaz (a) luan
a = a &
fithumsuaalmingamgil 800 °C Wuna 8 alaa
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IS

Ha2aelAEINNNaMaTioeiy (Wuxasnanmsesenuuuaie ) didanginssu
maladidna3nuasidg CaCu,Ti,0,, agulaeail

(4) Mg wavlaquniin CCTO Niassulagiswednasiietauuasldaniiai
T8RN UAaaAZNANNDVRIMTIO WaLHA LNaLAEAUNIEIUNLIANNLBUNTY (MNINANINEUTUE

1
=

Muruay) wazdiuninennnamely (Mmndseniduiiuiuiue) 3elimuszann 6000-7000
wWisuiiguduiaguniin CCTO Ne3ealagds PVA f €' ianuddasimngind lusasndiuinde
nneamalulisUszann 4000 mndnhaenanieaenunaiianuiagusin CaCu,Ti,0,, NgNan

9

USunawas Cu (M 4.22)

(5) mauhiupesa € wasiagusin CCTO fnseulagiinedwmadiBedouuazly
wnmmﬁmﬁmﬁmmﬂwumLﬂW‘ﬁIﬂﬂiWﬂﬁﬁQ CCTO ﬁLm’%ﬂuTﬂﬂiﬁlﬁmaﬁgﬂmL%ﬂiﬂﬂﬂwswﬂwﬂﬂuwm
PDUDUNTULDINNMIAZENYDY CuO GTQ‘IfuévmwehmlmwmmﬂswiammwumauLnsu’l,u‘fam?qam
e lnatAeeny

Nnga (1) waz (2) m € lududitiannuamelumaiienuduiudiunalnzesms
Tnanlsuduivaunsuann (Lf;E]ﬁﬁ]ﬁ’im’]ﬁ]ﬁﬂiﬂiﬁﬁ%’mﬂ’mﬁ!ﬁﬂ’]ﬂ) %qaaﬂﬂé'aﬁumﬁs‘i'wﬁqmmzhu‘ﬁ'
eannmelu (4000) waeiaqusiin CCTO #osoulasds PVA ilasnnmsiienamnsuladiualy
HufvawauLNsUAUSINATIND (Li et al., 2009) Fazdmadaiiisslisandiuaasmsinalswiude

mheSnasanas i & denudsussiaadnaniiisgiiganaienouoasdidninie Taamly
udmsiiazaadilaleafifnduiassneiade wazddninsaaziithdovaniismnanuuandieiu
FENINIATUNY (work  function) 2avlansuaziinfiadg anymumumealuinsuresiagssin
CCTO aztiinawiinUSainamas Cu 1u5’aqmswﬁﬂaﬂaq (Shao et al., 2007) HaGINENEAaraeHe 1Y
HafFunuresifizewsnin CCTO Mwdenlagds PVA ans asnnuinadulngvesimihie
FIUPDUNTU (WAINNNISTARINUN) FriueNuLAnEIRe AT U UM U denadan s ety

YINNUADIBDAG N
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4.2 amﬁamﬂmﬁtgnrﬂ%nwaﬁaqmmﬁﬂmju NiO
ddgludiilammsiedanuazdnmanidmaleddnainuazantdmelvihuasiagusiin
ngu Nio laamluua Nio fie €' Uszana 40 figaungiivias waziianddmaelvihduauundann
' < I3 . P I A o o A v +
aghalsnauanuiuauiures Nio sansawasuamwiiluansieanihlaleensi@enis Liw lassuly
Usinauides wazantifimalaauudlodidnainaninsoaslaloamsida Ti' lasauluiagiedihuag
Li @alu Nio aduarsusznavasnlad (Li, THNIO file €' Agann TuanAdeasnani lawm3e
Taqueniinngu Nio Teavhmsiiadeglasauriiaaa @a (Li, Ti), (Li, Fe), (Li, V), uaz (Li, Al)
TutSinuee g Tagldismsweseumenu 3 35 Aeddwasawastnlslada 35 PVA-15a waziSns
FUAIMNANNSDU
o a v . P = - s =
4.2.1 Jaguendinngu Nio fivessalasizwasdwaslulslada
4.2.1.1 (Li, Ti) Tad NiO (LTNO)

o 4 [

,0 (LTNO) dalanduiagduuuuzasiaglauaudlod

9

Yaquandn Li TiNi,__
nasnniinngu Nio Tasfigutidmaladidnaininhaula de fid €' figann Uszana 10°-10°
anudidnd 1 MHz Bnvsantidmaladidnainiimaidsundasmnutinaees Ti uas Li ildlal nds
nmamsfunvanialawoudladidnainluiaqussin LIno  flufioiddeillddnniaqunin
LTNO aghuiluszuy sauﬁqwawaﬂmm%’wmqqamﬂﬁﬁ@iﬂﬂﬂﬁ&ﬂﬂﬂﬂﬂﬁLLasauﬁamqlﬂﬁLﬁﬂm‘%ﬂ
wazamsgadamaladidnasndaiieniigann daiu lumAdeifdddnmauiamlaaidnasnuasiag
wniin LTNO - aghaifluszuu Tasldd@nmnuazadlassadumegama wazasduiionihaasiaquaiin
wazsazasmaaulianuaumeldussenmace  idsnademniamemahlwiuazaniamaladidn
a3nzasviaqinin LTNO #idads Li uas Ti luuSanoiein
A. Tansasnudnuazlaseadrmeaanmezasianasiin LTNO

Tasasnnanuasmstiamauasldgasiin LTNO gndnwlasinaila XRD
Fauaaslumwii 4.23 wuhiaquiin LTNO yaasmadefigagluuumsidenuuiisanadasiiu Nio
athslsiony iladaruuas NiTio,  daaansodunaldnnsluuumaidsiuusasiidiandluinamns
et aaudaslunmd 4.23(n) mladatuzes NiTiO, Lithaluiaqus1in NiO waz Liy,,Ti) ,Nig 4;0
udilaiiad3namas Ti MldlavTutsina 5 % Taalua (Li, o, Ti, ,;Ni, 5,0) Tuiaquniin LTNO wuh
L‘V\Iaﬁaﬂuﬁmdnfﬁéﬁ,ﬁﬂﬁy‘uiu%’aqmiwﬁﬂé’qnénﬁ%\maﬂﬂé'aqﬁ'mm%%’ﬂﬁu 9 (Lin et al, 2006;
Wu et al, 2003) uazenuPNasiiafisanaastuaEaluuas NiTiOBﬁﬂmmﬁ'w?;gﬁiyumunﬁ
induathadatiiawas Ti Al3lad wamsneassdenaniivedh Ti dwlnaildlavsinezsindaiu Ni
Aolluadaludenanil nnMsdnwlaseaindnlulanwsiin LTNO Tumwii 4.23(2) lawu
Foyaihaula nanide maunuitzes Ti Tulaseadawdnees Nio sansanszduldlasmsiiinyZinm
mslaneas Li uds ladatunas NiTio, annsodaunalaluTaquasiin L, Tig o;Nig 4,0 udiiloia

0.02 ~ 70.05" "70.93

Usinawas Li dldlatdlu 10 % Teslua (Liy, Ti, ,Ni, ,,0) tWadatugenamillisansodunalely
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YaeuNN Li, , Ti

srdawadaantamelnibuazanidmaledidna3nvasiaquniin Mngluvumsidauusidianduag

1daLEINN LTNO

Wasuulaviasann wasananaratiennanylnafearassailaaauseving Li

(0.68 A) wuaz Ni”'

0.05N10.85

0 wansnaniudtanudngaedloaauuas Li INdaamsunuives Ti 3

WA PIANTINANFINISOAMUINLE L1A8UFANAINITND 4.2 WUNAIANNKNENINS

(0.69 A) (Lin et al.,

2005)

(+) NiO
(#)NiTiO3
+ o+
“Li Ti. N (0]

0.05 " '0.15 "~ 0.80

Intensity (a.u.)

) N S,
Li, Ti Ni O

0.05 '0.10° " 0.85

Li 0. OSTIO DSNID QDO

b b

Li, Ti Ni O

0.05 " '0.02° "'0.93

| L |

LA NiO
M |

30 40 50 60 70

20 (Degree)

80 90

(+) NiO
(#) NiTiO,

I —

|
|

A

Li, Ti Ni O

0.02 ° '0.05 "'0.93

| |

A

Intensity (a.u.)

Li, Ti Ni O

0.10 ° '0.05" "'0.85

Li . Ti Ni O

0.10 ° '0.02° "'0.88

I
i\ [[0]

| L | L

50 60
20 (Degree)

70 80 90

(0.60 A),

4+
Ti

Mui 4.23 gUuuumsdeuusdienduesigqunin LTNO flaUeds Li was Ti luuSanaen
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1A59aINNNaMATesTagENdin LTNO UHOGIMUR 4.24 USL 4.25 2110
YBUNTURBIUTAIGINTIT 4.2 u,ammit,ﬂﬁﬂuLmaqmq‘[mm%ﬁqwa}amﬂLLazﬁﬂumzﬁmgmwaﬁaQ
wnAnfulSnawe Li waz Ti #lalad mnmeme SEM wuhUSinamas Li uas Ti dwasdans
Lﬂﬁlauuﬂaﬁﬂwmzﬁmg’mwaﬁaqmswﬁﬂ LTNO fluathenn anmwd 4.24(n) wuhlaseadams
9MAPY NiO fisnwafiusznaumeinsuuazraunsuatdany Wonsen Ti Tulsnm 2 % low
Twaasllulaseashe wuh T dwlugldnudiu Nio daduwaiatuees NiTio, deiildasawy
Nnmienzdlagmeiin XRD waz EDS aaudadlumwndi 4.26 szaonzae Ti ansnsaasranwulad
mémﬂ*’umﬂLﬁﬂﬁazauﬁagmﬁamiawauﬂsu (Qﬂ‘ﬁ 1) welsiagnansansranulannanasuzes EDS
ﬁf\;ﬂﬁ 2 ﬁqﬁuagmﬂﬁmén{f AD BUMAYBY NiTiO, s‘z’;%humﬂ%ﬂswﬂgiuiﬂsqaé"wqmwuquwaqwau

[ 3

s wazunauialuvinansuy Tesfizwnalszana 1 Um  Wilesdyanwalzignas asuaaaly

Uy

MWD 4.24(2)
Walod 5 mol %  Liwhluluiaq Ti),,Ni .0 thatlussUsznau

Lig 05Tig 0sNig.0s0 AIUAANLUANT 4.24(A) BYMAZEY NiTiO, Mtaednnglulassasliaiansadang

0.05 " 70.02 0.93

16 wazmnaweansuazladulszan 2 wh (3N 5.5-97 Wm) HAaMINAaDIINaNINEN Li #l8lay
Uy Nio sanfu Ti ﬁ?ulei"dmaashqmnGiamiﬂszmaé’fmmagmmﬂaﬁaﬂuwm NiTiO, waza1a
wfinademsunuiines Ti  lesauiildlavdas lasmniauas NiTio, mansawuldlufaquniin
Ti, 4,Ni Ti, 4,Ni, 6,0

0.02 0.98

O whiu ualaitialudggusin Li

0.05 " 70.02 0.93

Lﬁmﬁ'uﬂ%mmwm Ti 90 2 U 5 mol % (é’fmamiumwﬁ 4.24(4)) WUM
aUMAZEY NiTiO, 3Nnganaauasiimnaoymaiidnlsnm 0.1-0.3 Um  wasfimansznad
foenuaiiareuuiuiTauNsULAzEBITIMNaUINsY wattilaiinUSinamslatuas Ti flu
10 mol % (faudaslumwii 4.24(2)) YUIAVBNDYNAYBN NiTiO3ﬁﬂiwﬂg]iuiﬂsqa%'wqazﬁwuwewimﬁu

Uszanm 0.5 Um uazimsiSsaanigafanuanndu uwasiiaiiausinamslaveas Ti {lu 15 mol %
(aeudaslumnil 4.24(2))  aymaza NiTio, lai3aimdadanuatnaatiiauiaduuiulnagum

WURIUBITIQBTINN Lig o5 Tiy ,sNig 400

0.05

Wadinsanwauss Li ddamansznaaizaundidaiuyes NiTio, aauaaslu

0.15" "70.80

MWN 4.25(n)  §WFUTIQETINN Liy 0, Tiy 0 Nige,0 WU NiTiO, iMInszargdianneaunsuin Iy

0.93
aunIUNANNINYIEINN 0.5-1.0 Um dlaian3namas Li 90 2-5 mol % (Fauaaslunwi
4.24(3) WTUIFNPLIIAN Liy 45 Tiy 0sNip0,0) BUMAYDA NITiO, fidzaamuzauInNsuazimsanzug
wazlimsnsznedaiaaiEamNaUNIULIzURNIBNNTY  HaMINaaasRInanilTudud
avdwonas Li fifldemanssnadinasaymezas NiTio, lmsnssneiidnanilonasdinadaaua
maladidne3nyesiggunin LTNO wamswﬂaaqﬁa‘hﬁ’mﬁlﬁwﬂumuﬁﬁﬂﬁlﬁuamé’qmwﬁ 4.25(2)
ToadauiinUSinaumslatues Li W 10 mol % symauad NiTio, estnnglulasiaiemegama
Ti, ,sNi

O HanwazNSau HamsANY

0.10 = 70.05 0.85

azldgninsodanale losdanvausiurtnesiaquin Li
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TaseasauanuazmMsinawalaswmaila XRD  d00AaaNUNANINAINOIS SEM  @9na1il nanfa

adatuaad NiTiO, tia2uluTaqusiin Liy o, Ti, ,Niy 5,0 W liaanseasranulaludaguaain

Lij,

0.05 " 70.05 0.90

oTig 0sNig 550 KamanaaaIcInaniivedh WaiaSinaees Li aufiuSinaiiannwe laasuzas
Ti" flddewmmsounuiidumisas Ni© lulassaawdnlaass saiumadovuges NiTio, Sela
\Aatu

SmFunsildsuulasmaslasaemnegamadainanilmunsassueldlos
MINUNULUULNEYB92D9LHa7 (Liquid-phase  sintering) %!4Lﬂunszmumitmwﬁnﬁﬁﬂﬁ'ﬁ'ﬂqﬁmm
mnuiuiinduuesisanmasniniisanniu madezaunarlulasiaiumegamaazdinalosnss
damsunszailoaaudi ) luiag Hnmsundzasleasuasdinadaiilasdedanmsnuiinuasiag
Tunssuumainuiintaquniin LTINO  Tunuddeil TusswihenssunumsTiamudeu wiasswi
nssvaumaLnailn Li e1avzagluanuzuauva uassaavmdainaniasainsooenusuanliayma
99 NiTiO, Tinssnedataainanalulassaiumegama dalumanszneduazmsiadeines
ayMa NiTio, azduagiuisinamassunaidsduagiuuinumslotess Li - @athaay Tudag
\wadin Liy,,Ti, ,.Ni, ,,0 Usnawed Li fdeendh Ti dufu zaswmiivsinaiiiesuazliieaneiias
panusndnlayniaues NiTio, iin1snszaradiadvainane wdlunsduasiaquasiin
Liy 0. Tig osNig o0 #B9tMITUSINaiTannwaiiazaansansznaaymanas NiTio, limhlassadawdn

0.05

fvSunanad Li NNaansununyed Ti lulaseasnudnasliaunsanazasunalaasuide uaaahia

0.05 0.90

MNYNLKIIYDN Li 1uiz1ﬁ'jﬁﬁﬂi:¢u’3ﬂﬂ’ﬁLN’]N‘ﬁﬂEl’]‘iﬁ]::ﬁd)ﬂ‘ﬁ?ﬂiuﬂﬂ’iLﬁNﬂWiLLW’i‘ﬂEN Ti laaau

75



0Ty 0,Ni Tiy 05Ni

0.02° 0.93 ' 05" °0.05" ~0.90

 SCTSEM =5
() Li0.05Ti0.15Ni0.800 **-

$ELSEM

M 4.24 WY SEM 2adiiuiinviingasiaqusaniin LTNO nladie Li waz Ti luu3anmene g
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() Lio.1oTio._o5Ni0.850 f S \
Pz

e

Point 1

M 4.26 MWaNE SEM waz EDS atdnasunadaunynee ) ludaausin i ,,Nij ;0
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TN 4.2 APINHENUAZINANTUVRITAETIHNN LTNO

MaE AIAINEEN (Lattice parameter) (A) UIOLNIU (Llm)
NiO 4.178%0.001 5.57
Tig 45Nig 45O 4.17810.002 ~5.55
Tig 45Nig 450 4.17910.002 ~3.21
Tig 16Nig 40 4.17810.001 ~2.75
Tiy 15Ny 50 4.17810.001 ~3.03
Lig 05 Tig 05Nig 950 4.176%0.001 9.72
Li; 05Tl 05Nig 900 4.175%0.001 9.93
Lig 05Ty 10N 550 4.175%0.001 10.47
Liy s Tiy 15Nig 500 4.17610.001 10.68
Lig 10Ti5 02Nig 550 4.175%0.001 5.85
Lig 10Ti5 05Nig 50 4.173%0.001 6.90
Lig 05 Ti5 05Nig 950 4.177%0.002 8.98
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B. amﬁﬁmﬂmﬁLﬁﬂm%ﬂwaﬁaqlfzmﬁﬂ LTNO
NIMIANNIANEHLATNFINKENUAzlATNEIIINaalagnatia XRD,
SEM uaz EDS Hamsneasanuihmsunufizes Ti lulassadananaansaiindaanuaansolalagnms
nUSanaes Li ildlay doiy Ti mduiunudiasslulasiadendn wazduiisadaiu Nio hedly
wadaduwes NiTiO, msduadaantamelnihuazaniimeledidnadnuasiggusiin LTNO wiih
msasialsinames Ti lududlaunuiasoiudliainsormlalungisedd uanamsdnunluniive
Fananilfiguidemsasnemsiicasitlodidneiniigunneasiaanio LTNO Fufluvsaiildsu
anudulavazinsdnunuadandeune (Lin et al., 2006; Tohngbai et al., 2008; Cheng et al.,
2009; Manna et al., 2010)
Gauaaslunnil 4.27 wamsdnmaniamaladidnainaasiaguenin LTNO

v
= ]

wuh @ € vasdaquniinaenaniiiangann leslimeglug 10°-10°  BuediuuSinnwes Li

u

wae Ti NAlal wazaziuleNanianladidnasnnnsasunlasandaarunasslalnagasil

aauaaslumwi 4.27(n) ienndgendi 10" Hz, @ €' 2aviaqusin LTNO fiwsewle lunuideid
AManamNUIINuMI@E Ti INIINIY namamaassaenaniamenumitenlanenuannngaees

J Wu uazanz (Wu et al, 2002) loglusisaniddepesnguainanil lasenua € fianud 1 kHz

WazaSUIEMIAAAZAIAT € NMIANYEN Ti IUAANINMTINNYDIANNNUIZBIWBUNTU LH18931N
msasaunzaunsures Ti nldladly LTNO lagardawuudraaslaseasianieganiaasiagni

TaseaauuudiiulssquuutueInny (IBLC) (€'~ €A/, Wa A B221N0VBUNTY Was t, Aa

!

AMNVIUIYDIYDULNTU) #unsoasueledn A € AwiAanaeiianNNNUIVBIYBULN TULNNTY

[
[

agnlsioun Wadnsanuanisneasslunuifeiinianudainanil wuie € vasiaqissiin

0.0sTio 15Niy 5,0 HENANAY  Wiaaanalan e & Renwddind 10 kHz

Li 05 Tip 0sNig 900 8% Li

0.05" "70.90

fienlaiwasuudasiuusinaees Ti AlaUn@uaIn 5-15 mol % WANMINABBIGINGIHIWANGININ
HNeAENguLIn i lansnuannauninil wansneasslunuidedanaionn mstieng@nssunms
Houamenaladianainludnanudein ludaauwsfin Lij T ,;Nij5,0 Huaaslumwunsnzaesnwi

] [ [ v 1 a & 1 & o a q = a a
4.27(n) NMIFANDYNAUNIUADNIAT € %Lﬂmu"luammqmwa ﬂEWlﬂ’J']ﬁJﬂGﬂLLa?JVIﬂ’J’INOQQ NANN
U

[

MINUWUIYBNYNATINFDIABNANINMSIANTUZBIaMNN NnMTdguwlasiugaraiinazanudyes

@ ' dnanil wuhmsmasiauaamemeladidnainiienudcmuazienudgaiimaedeudlulufiams
waqmm?{ﬁgqﬁmﬁmﬁuqmwgﬁ ‘u'q%yﬁqns:mumicjauﬂmﬂmqlmﬁL?\ﬂm%ﬂﬁmmianswj"uﬁ'mmm
Sau

NNENUITELeY ] Wu uazams (Wu et al, 2002) wuhem € 2893a0
in LTNO feniiansnnduidielat Li winsnniu (Taasvue Ti lutSane 2 mol %) wamsnaand

aanandilaaduralasadauuuiiansnisinar lsiadunuy Maxwell-Wagner nIaNL3aNIN
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mslwanlsisFuuuy interfacial Aaiiialianulniduiagaziliussaluihimsazaniizouinsu
Aoflumsinan lsusunwuudenanil u,azahmaimlmwiamsﬁmmﬁlﬂ5L%ﬂﬂ%ﬂﬁ@qmﬂwaﬁaqmmﬂﬂ
LTNO ﬁ’mmqé’qnénﬁ daviinusinumslatues Li avlUludaquniin LTNO Uszqdaszmeluinsu
Feduagiuuiinames Li asfiedSnaidiunniuviaimanliihmelunsuldditu dnlulssaiias
Tazanfwauinsusafivsnadfimsanniumumsiisduees Li #18TaU wagananiidaualianuy
apemsinnlsieFudindu doiu a & FufumuUsnawes Li AlflaUdfinanniy mnuamsnaans
sauaaslunnd 4.27(2) Feusnanazasinumsiou Li ﬁﬁdaauﬁ'&malmﬁtﬁﬂm%ﬂﬂaﬁaqmiwﬁﬂ
LTNO (Iegiwua Ti TudSunas 5 mol %) WansnaasInu NS IBwee Li 990 2-5 mol %

M € 1eud 10°  Hz  sRandiniNnZudniasdudunsneasanasanusenunsIIe6a

(Wu et al., 2002; Thongbai et al., 2008) waztilatiaUSanawed Li @atilesa1n 5-10 mol % @ & i
ABAD9EINNIN wamsmﬂamé’qnénﬁyumnthmnimqm%%’mlamalu%’uaehq??m%q uazlaiaanse
as1nelalasuuusanimslwanlswFuuuy Maxwell-Wagner uananiiudq lunmadeiisldsndouls
MINADIMNTIENULBY T Wu wazaae (leaivua Ti luSwa 2 mol % wazildsuulasSanams

Towas Li) dauaaslumwunsnaasnnil 4.27(2) wuhe € gaeiaqueaiin LTNO  fidiiaannau
ala Li wiin@uan 2-10 mol % Fuflunamanasssiinndunesmiddslos J Wu wazaos
NnuuuessmsvanlsFunuy Maxwell-Wagner fildiaualas 1 Wu uas
Atz HaunfzIud Li ﬁiﬂﬂﬂ%agimﬂiuLﬂsuLLazLﬂﬁlﬂuauﬁamqlMﬁlwmLﬂimlaq NiO Mnawuily
msnedh Tusasdendu Ti Aldlatasdasasaniimauinsulasaglusluesaiatuuns NiTio, dilu

mMsanazaed € atindTinaees Li invlumAdsiiaasianveiiesandnswares Ti  ludun
Anson lUununeiuniaeae Ni lalulasaasNuan o9 laiteseiannmsanalsmaiia XRD 1as
SEM ZMWUNMIUNUNYDN Ti dnansatiinle lagiinusinamslavyas Li aarudSunawes Ti Tudun

N30 UN IulAINENEENYBITEA Li, o Tig osNip 50 WRHUTHIUNNINATIUTER Liy 45 Tiy 05Nig 0g0

amzwmgasnandantdanwmaihluihmelunsueesiagesiin Liy, Ti, ,,Nij 5,0 819326101731386)
o
0 msfivszgdassiipaniasiienudneasmsinanlswduna

BIIRN Liy o, Ty 05Nig 000 HuMINBANNN Usmnanlszadaszmeluinsueasdiadqsiin Li,, Ti, ,,Ni

0.05 0.85
NlpenNTIQYTINN Liy o Tig 0sNig o0

Y o' ! 4 3 1 12 Y = . . . =< o 1 4 1 L4 . . .
TWihdind) aeuuen € 20938 in  Liy Ty 05N, 50 390188031 1UTHG Li, 1 Tig 05Nig 6,0 N3
WNAULATa NN adMWIN INHLIa9 N BNSWauaIMSUNUNYaY Li way Ti ahansaasuneleasaa il

Nio L
XLE_-—*LE_:NIE_Z‘{-‘VE.%JFO (4.10)

ndums mslad Li' 1 lessu azmiienhld Ni** 1 lesau nnallu Ni* 1 lessu melditauly
aananil wialiaunnluihiuisg LiNi, 0 ddnasauazariansanszlaall-mszuieduniaes
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NiZ'¢> Ni** dawalwaamminluihaes Nio  fidgedu mailwihdnaniidanhmsilniuuy
Twansau (polaron conduction) (Moulson and Herbert, 2004) Tosamwih luihaziadumulsnamas
Ni*” AN 4.10 USinawas Ni astuagiuuiinamas Li ildlay damadsnanil aniwi
TWihuesiagloddnasinngy Nio Fvduagiuuianamas Li ildlay ey Ti whlluiag LiNi, O
anwihlwvhazanas aeaums

Li.Ni
rifg LIV x@ G+ pep g r-l:"'"
2Ti% 2L Tid(LiyNiEE ., Ni2E, 0) (4.11)

NAMIaNNN 4.11 USinawsa Ni°* azaeasds 2 lasauiiia LiNi, 0 gnladds Ti*" 1 lasau aanu
gnnwih ldheesiaquanin LTNO Feaeauladiiweas Ti fisnnsounuilulassasandnlaaded
Usnaiiiiandu viaarananlanvszqdasziivsinanasanumsiinduees Ti losaululaseasindn

mewmaainanil m € Jalianiazandia Ti whlvaglulassaielutsinannniu
lumsaAdeiidsla@nwnginssumsnauaaranilodiana3nvasiagus
#in LTNO eauaaslunmwi 4.28 uaaamsnauamenelodiana3nueeddquain Li, , Tij o;Nig 50

0.10 ~ 70.05 0.85

Fumsanasetaunauzesm & uasinsasmsgadamaladidnasn £ dimsiedeuililufioms
snsemudigeduilaiiugamandl wadananisadunginsauiimansanssduisndnuanysou la
fnsoniigampiilaq é € fenadmasiiafigduiusaiiaannnmsnsuauasmeluildass
it vialaTwaluihdnamnnweiazamnsansusuasmalninle duiulalwaluihsmsaaay
fememuanaliihnszuaasuls uiiaanuivessnuluiiiagu aunluihnszuasduiinsnau
faneuiazimaianauaussmaladidnesn dulu m € Saidanaatenad stalsfionu daudia
aampivasssuudaFauadaumslindsnuudlaTwaluih dniulalwalwihaansadsaninsn
aavauasnladidnednlafianuigedu lusuasmsanasasedundurase € anudidauns
sualihludniasdianlndidssduanuisssanivaclalne duiuunngmsaiagremssunsas
aaudaintuluszuy denaliiAamaganduwdsnusiann demadinani nasnurassuLTIanag
asumadvialimsgadendenuagidaiilasdialiiiafiaasmagadenaladidnedn 7 n
wa@nssumasauaamemsladidnainiiieauluiagusio LTNO mwadsnunssduiililunssiiums
Fanamilanainsosmunnldlosndaaumsii 4.1 wos 4.2 uasagUdansnd 4.3
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E (1)) - Lio.osTio.ozNio.%O
I o L!o.osT!o.osN!o.goO
i i ° L|0A05T|0A15N|o.800
104 _ LT
0
10°L
E 102 F LiovosTioﬁNioaoo
J e
10 ™D i
107 10° 10°* 10° 10° 10’
Frequency (Hz)
(@) o L?o.ozT?o.osNio.gso
. i L!vosT!vosN!o.goO
10" £ -~ © I‘|0.10T|0.05N'oaso
- )
“w
10° 1 ©
F O
= LiO.OSTiO.OZNiO.QSO OO
v Li010Ti002Ni0880 DD O
ol foro ooz e ? o
2 2 3 4 5 6 7
10 Eal 0 il .L.o.gfl(mlz) T BT BT
10? 10° 10°* 10° 10° 10’
Frequency (Hz)

M 4.27 waaslsnamslayd (n) Ti uas (2) Li DHdam €' vaeiaquasniin LTNO Naumgiivas

ULazNANNDAN )
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Ml 4.3 mwasnunszquildlunszuiumsiauaaramaledidna3nyesiaguaniin LTNO

Sintered at 1280 "C
Sample
E, (eV) T, (s)
Li; 5T 05Nig 950 0.299 1.91X10 "
Li, 5Ty 05sNig 4,0 0.298 9.38X10 "2
Lio.osTio.loNio.sso - -
Li, 05Tl 15Nig 4,0 0.268 5.49X10 '
Lio.loTio.ozNio.ssO - -
Li,,,Ti, osNi, 450 0.315 3.93X10 2
Li, 0, Tig 0sNig 450 0.267 4.02X10 2
“w
o
3000 + VV ‘\‘frﬁ‘l
Vi
= \Z
w 2000 + N\
0F, ‘ ‘ | ||||||Irlr|rlrﬁr|rlE!!!!!!-__
10 10° 10°* 10° 10°
Frequency (Hz)

M 4.28 woinssumsnaueaanaladianainaasiaqusdn Liy, Ti, ,Ni, ;0 l08mInsseueis
WANIUANINIDY
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C. amﬁﬁmalﬂﬂmaﬁaqmmﬁn LTNO

nnmsdnnaniamsladidnainaasiagusiin LTNO wuheh € vasiaqi
Fuansildlumideiiamigunnlesfsushiukemanasssiildnnnuidenasnguiu g fedeu
Jaqudn LTNO Toedaaug (Wu et al., 2002; Lin et al, 2006) antamslawaudlodidna3ni
Wetuilgnesnalaslduuuhaasmslwa lasfuuuy Maxwell-Wagner Tagiagquuaiin LTNO daqil
Tassadruuuiuaumely Usznaudre sruweansuiiiaudamelnihidussasdnh (ilssanms
32 NiO ¢ Li) uavdhuzaswauinsudidansamaluihduamy (dasnmssvanues Ti oy
1nsw) aehslsieny mydaautamaeluihussunsuuazsaunsulasasuiuiululdenninn watlagmly
azdnwlagldnaie suiuaudiunlasalad (impedance spectroscopy) Faflunaiiamsnmantama
Tlihluduwasinsunazyauinsulasndas (Sinclair et al., 2002) loafunualilaseasiangame
sosiaquaznaudensunasraungy duiudalianulwihduiagiidlesaednani wuiaes
Tassaamalnihansoaaiuls Taadsznaugaensasluihes R uaz C Aeafuuuuaini 2 2493
LLazﬁqaanwsﬁﬁiaﬁ’uufuuaqﬂsu TaguaazNasunuaIuaINMsaauauasme lihraansuuazaau

NI DNNUOUETIN (Z*) ZavNasTToudnslanail

2" =2"-j1"=—; 1. i~ 1_ (4.12)
Ry +JoCy Ry + joCy,
R R
Z'= T+ 2 (4.13)
1+(eR,C,f 1+(wR,C,,)
R.C R C
7"=R | Po~e | g | e (4.14)

e g uaz gb Aadaanealunudiuzewnsuy (grain) WaLaULNSYU (grain boundary) MNMIGU FUMITH
< Py a [ a & ] a

4.12-4.14 Wuawmsnldlumssduneiagluganaduaszloamlulisinseldlumsasunanammaass

a3 Walsulpuuuheasnuanms 4.14 azlaaumsnianuunzantazaninsalglumssdung

HANINADDILA GITNMS

2'=72'-j72"= =) 1 —+— 1 7
R, +(jaC,) Ry +(joCy)

(4.15)
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W o wer g Aarasil lasficnagludn 0<a, f<1 wuudassmsnsuaussmaliinluiagi
Us£NauMeLn ULz IBUINTUMNTNMST 4.15  nansoesunsuamInassdldiiuagid dauaadly
awil 420 fuRsuvudessansatFuisuldassiuddufiuaufiindaunnuansnaanald
Hueded delulassaemeliihuasiaquniin LTNO fidaensilalumideitminsoasinseld
Tostsznaudhaduzasmsnauauasmsluihaansunazaauinsy asnananduiiuaudifalansluzag
qmwgﬁgumﬂuﬁwqmwgﬁéﬁ Faunumsnauausamslwihluduzesweunsuiidaudamaluidy
avuwazduzeunsuifiantimeluihiduamsisinh muddu nnsamsdnnauiamaluihluiag
@i LINO  danamil anansaidenlasdawninssumsiicasitladidnainiigannaasiaquaiin
LTNO & Fedaanaastuuuudrassmslnalswdumaluihuuy Maxwell-Wagner nanida sl
suwlwihAuaqusiin LTNO Fudluiaqiifilassaiiauuy IBLC Uszgdaszazifamsazaniiuouinsy
Wadlumsawanlssduiifmdudassnihansusazaauinsy viafidsnh mslwanlswduuuy interfacial
Fadawalogasdliiaqunin LTNO huiaaiifisailadidnainiigenn

150000

Li Ti Ni. O | O Experimental Data
0.85 Fitting by Eq. (9.15)

0.10 * '0.05

' p=0.97

150000 —

100000

-Z" (Q.cm)

100000

50000

@ -60°C

-Z" (Q.cm)

200000

50000

O Experimental Data

0 Fitting by Eq. (9.15) @ 120 °C
I 1 I 1
0 100000 200000
Z' (Q.cm)

AN 4.29 BUNNUAUFINTRUUBITIQULIINN Liy Ty 1sNig 5,0 NAUWHH 120  °C 2IWunInhe
suiuaudiadounaamnil -60 °C losdydnvaldanaminassuaziduiviihGudans

2aIMIUSUHIEUTBYANINMNTNABINULUUTIDBIMNTNMNTN 4.15
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D. wsvasmaulianusaunmaldusseimeaarsnaudadaianaledidnasn
wazaaianelnihluiagauandn LTNO
TunmAdeilldd@nwuasasmsauTianuiaumeldussmeaasnauiida

autidmsladidna3nuazanialnihluiaqunin LTNO fiwdenld Tasvhmsauiaquenin LTNO #
avgfi 900 °C Wuna 3 il msdnwluduilldysiasdnmuasen/iinadeshseaniiau
(oxygen vacacies) AAaBuiisanamsavlenudeumeldussnmeansnaudisidasutiamslnihuay
anvdnmeladdnasnuasiaguniinlungu LTNO wamInaassdauaaslummil 4.30

(n) O Before annealing
O After annealing

i

, g

10° £

3 E O Before annealing
10 F [ O After annealing

r 10°F
= Bl 1l /I /I
r 10> 10> 10° 10° 10 0
r Frequency (Hz) @30°C

1 vl | vl vl

O Before annealing
O After annealing

Frequency (Hz)

| Lol Lol Lol Lol -

107 10° 10* 10° 10°
Frequency (Hz)

M 4.30 Mswasuwlasnuanuduesm € Nauugi 30 °C 2893801 (1) Lig o:Ti 0sNig 0

(0]
waz (1)  Li,,.Tiy ,Niy,,0  enauuaznasmsauldenusaumealaussenmaaisnau

MWUNINEUUULEMINSaBULUSNUANNA2EA € 2BITFQUETINN iy, Tiy o;Nig 550

AauuazraIMIaulienusaumMalaussennIaaIsnay AMNWUNIAGIUSNULFANNIT

wWasuwlasnuanudueam tand 2aaddqin Liy . Ti, ,;Nij ;0 nauuazwasmsauly
anusaumalaussenmeasnau
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PnHamMsnaaaswu mMsaulienusasumalaussenmaarsnaudinana

anddmeladdna3nuesiggunin LTNO Wuadinn uanmsnessswudsinhaulads @ ' vasiag
NN Liy o5 Tiy 0sNip 900 W82 Liy ,Tiy ooNig 5,0 1UENANNAGM (10°-10" Hz) Heivndumnaiannay

Fagluussenmeasneu wisaananlan @ € daninduiisusinaesissiveandauluigggnin
Thiaannay uamsnaaasluansauzasnaniemaniuiwuluiagwsin CCTO (Wang and Zhang,

2006; Bender and Pan, 2005) lupassnlugnanudidedniudl @ € aa3aquaain Liy, o Tiy o;Nig 50 H

0.10 = 70.05 0.85

mldwdsuwlasnumsavbirnusaumalaussenmeaasnay nnmMwh 4.30(n) WUNWYHNTINANT

Ni. . 0 @nsowdieni lviiezulaleamsaulviany

HouaaamMaladana3nuaalaqusIAN Li o, Ti; osNig

Jou wamsnaaasaenanilainsaasuneldlaamsaiialnanlswduiifdudasznesesdozaiomh
%guuaﬂqmﬁ'udauwmmeﬁﬂﬁagimﬂu n%nmﬁmﬁﬁ%guuaﬂqmaﬁaqmswﬁﬂ Lig 05 Tig 0sNip 00 W8T
Li, 1o Tig :Ni, .0 Hend@fiaaiamaluiifiumsnadnhazansognulasunduliiiamiamaluiiy
amulﬂyl:ﬂﬂnﬁxmumimL%mmﬂs:ﬂLﬁaqmnmiﬂmmalﬂwaqaaﬂ%mu&davlﬂif

Li Ni, »0, . 1574 i3+

NnENMN 4.10 Uszadassaziianaannauiadsinaeeasmslol Li tinsnnduzasanald Ni** §
Usmnaiisay anaunsn 4.16  Wadiinaweseandiauluianwsiin LTNO  anas (W5aims
wignih iUSinamesasieandau () windy) YSinawes Nit° azasasmaiiasnmnamwanuiiy

nanne llihzesssuulagsin GauEIMINEeaIaaEINN Lij o, Tis osNigeO #8% Lig ;o Tig 0sNig 60 3

0.05 " 70.05 0.90 0.10 ~70.05 0.85

wasuamwnaaluauvsaienueumu Wi i nduiiasannmsanaaslsina Ni'° wiiald
s lwihauiaauniinniaesil Yszadasznaglnavsnuiimhazgnraminumsiedsuilasguauiu

1 [
= = )

s zgninitenihaulasmsaulienusoumeldussenmeansney  mewmaainani a1 '

Tuzaanuden

v
=® o

AHAWNNNINYY

TunasanunununeNuaa vasannmsaulveanussunmealeussened

nsnau i € Tugnenndgend 10° Hz wasdaquniin LTNO nndaulamsladiisfianaiies

\Enips uazdrmasmsanatasaduwdunase € dimadsudunislulufiamezasamaiees wa
MSNARBIRINEHLNET USunaasdasineandanlulaseaslefinananginssumsHaunaene
ladianasnzasigqusin LTNO e wamsﬁﬂmauﬂ’amqlvmﬂuahuﬂzlmLﬂiuuas‘ﬁwaumauwaﬁaq
wiin LTNO TaglFmaiinduiiuaud dausaduammil 4.31 wuh wdsmnmsaulianudoumeld
ussnmAaIsnau MmenusumuMasiaaeninazimuumnniuduaann wasaanudumu
melunsudsfieniumnniuds uamsnaaasdananilaaivayuwammesadludiumasantiineles
dnesndsiildasinamndaumihil lufaqundo LTNO  sanudumusuuazamudumuliih
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malutnsuasiianiindy (@mwihnihana) watindsinazeswasineandiaululaseasin e

NnnszuMzaneraslszyihiesnwmanuunaremslvihmeluiagusiin

120000
1000
|
O
]
90000 - &, |
N ~4 MHz
£ i @30°C
< 60000 1000
- @ 30 °C
N 000000000,
30000
O Before annealing
0 O After annealing 5,y
1 I 1
0 40000 80000 120000
Z' (Q.cm)

MW 4.31 BUNUAUFIBITDUUBITIQLYIVNN Lig o5 Tiy 0sNip 0,0 NAMUNANWBI MIWUNTAUTAY

J a v

wiuoudindouludienudgezeisddeamwaumuluihmelunsuy

(L))

PDNMWUNTAVBININA 4.30(2)  wuhwasanmsaulvenusaumels

USIIMADISNDY WAZBIMMIgayLdamaladianea3n and wlnngiuiienuilszana 10° Hz wa
Fananil ﬁmwwgLﬁmmﬂmmmﬁﬂuw1u1WWWiauwa\15:uuﬁﬁwLﬁ'umﬂﬁu Huweanannsi
EWINUBNTan WA Lig o, Tig ,sNig 500 wWaguamwduzuaui luanaduasawdriedendnild
wodulunamanasssasisquninidlishumsaulianudoumeldussnmandnou uaddla
ansadanald asnniaadsnsgydemeladidneinluduiiiennmahliihnssuaase (M3
gademsladidnedniianuiddsidiinnniuiioananuisssunaluihnssusadu wiaia
QLI EFTY fnndull wamsihlnihnszasedanssununszuIumsiauaaameladinasnaanse

Ltﬂﬂﬁﬁlﬁll,ﬁuvlﬂq‘[ﬂ glduuudans ﬂ']i&i?)ﬂﬂﬁ’]il‘i/l']ﬂlﬂ bl Lgﬂ 71302849 Cole-Cole SINAULUUTIHBUDINITU

TWihnszuanss (O,) Aaaums
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., |, O , €.-¢. .o
£ =£—j[8 +ij:gw+ 2 — = (4.17)

wE, 1+ jor* e,
idla & uar ¢ Femasiiladidnainiienudduasionuige mudau i 432 asdiuldh
gnwihlnihnszudaseenmnsodenadasuiineledianainvasiaqeiin LTNO  Wuadiinn
Togamzmagaudemeladidnesn wamsuiuifisuwuuiassmnuaumsi 4.17 fuwamneass wuh
M G, fewihiu 1.0X10™ S/m uasiiazed tand sansadunaldnnuamanaassais deuiue o,

Tunuuraaaniu 5.0x107° S/m wanunngda feves wnd Fwhliviiazmall

I T I T I T I T I T
L I!_F!!_Fllﬁ- boe J
O tans
10°* = Fitte result of ' 10
- (b) Arsample Fitte result of tans 3
- 3 [ ——
w 10" F 10 ©
C )
L (o]
10 & 410°
I @ 30 °C!
I 1 I 1 1 1 I 1
2 3 4 9 6
Log(frequency) / Hz
Al 4.32 msnfdsunlasduanuduesd € uaze and ﬁqmwgﬁ 30 °C  wendnENn

Li, .. Ti, ,sNi, ,,0 wasmsauldenusaumalaussenmeanisnau duiivduesuazdinEuy

Taanmsusuieuannanms 4.17
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4.2.1.2 (Li, Fe) Tl NiO (LFNO)
wuﬁ%’a’ludauﬁlﬁﬁnmﬁqLﬂswﬁu,a::ﬁﬂmﬁn%wawmﬁguamudw'*]
(Insulating layers) ﬁLﬁmﬁ?ﬂuﬁaqmswﬁﬂ (Li, Fe)NiO (LFNO) fisluadaantamalnihuazauinma
lodiana3nvasiaqaiin LENO  lagihinsdaiaszi 2 dauly da Liy osFeg0sNip 00 WaY
Li, .Fe . Ni

0.05 0.10

Qoulauna Li, ,,Fe, oNig,0 W2 Liy o,Fe,,oNiy ;0  laannmsuaalzdfigamwad 750 °C lun 5

0850 ’3&1@1mswﬁﬂﬁ”’mmﬁlﬁ'm%ﬂumn"i’ﬂqm‘?iLﬂ%ﬂﬂﬂﬂ%ﬁwaﬁmaﬂw‘[ﬂa%a eRGINIREY
#alas ’3’aqmmﬁ”'qaawﬁﬂﬁlﬁgﬂﬁﬂﬂﬁﬂwﬂﬂsqa’?ﬁqmﬁnimﬂ%’mﬂﬁﬂ XRD mﬂﬁy'ui’aqmméﬂﬁgﬂ
ﬂwlﬂﬁugﬂiﬂﬂﬂﬁé’ﬂLﬁﬂiugﬂmmmu,w'uﬂau LLangwﬁﬂﬁqmw{]ﬁ 1280 °C flunm 4 #lug e
Tuduillddnmlassaendnuazdnsusdiuguraslanaemaamesasiaaunin LTNO  Tasld
wafla XRD uaz SEM(EDS) anwuad1au uazladnmandfnmalwihuazanifinledidna3nuasiag
N inaanay (as-sample) WasNAITARININ (polished-sample) Tuz1aMn i -50 &9 200 °C
wozluznaanad 10° 8107 Hz wamsanwlassaiundnlosldimadia XRD dauaaslumnil 4.33
Nij 0,0 Wde Li Ni, ;0 HtWlaasany

WU JULuUMSEEUUSIFENENTlUIFa RN Li, o, Fe, osNi) o 0.05F€0.10Nig 55

sUnvumsdenuusadiendly NiO (JCPDS no. 78-0429) lagiilastasniuuuugnunad wanms
noapsdiudulain Nio Aewlananzesidgwiin LENO fiduaszild anwamnaassnud wade

Uu2ad NiFe,0, a@msaa5anula lugluuumsideauusedienduesdaqsin Li, Fe, ,Nij ;0 Ha

0.05 0.10 0.85

MInaaasaananitinnnleasusay Fe Nladlu Ni0 HUSINaNNNnMuau@auaInMsunud lussuy

Fe,Ni, O Tuaauziiaqusin Li, ,,Fe, ,Ni, ,,0 Witadaiuuss NiFe,0, tafisuiunammaaasly

deTaqEHN LTNO madniulua@ennuil (Lig . Tiy sNig,0) d18030a3Ule7 Fe Huwalium
ssununlulasegdundnzes Nio ladnd Ti asnnwa@adues NiTio, deannsonulalulaguws
ﬁﬂ LiO.O5Ti0.05NiO.900

+ NiO 1t
# NiFe,0,

Intensity (a.u.)

- ) LIm)
MWTMWMWMJ ” |

\ Jw‘,(ﬂ)
30 40 50 60 70 80
20 (Degree)

M 4.33 JULUUNISAEILUUTIT NG U9 aq I N (1) LiyoFe, sNige,O 4ae (2)
Li, o.Fe, 10N, 550

0.05

0.10 0.85
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PN ' & a o o a . . . .
AWM 4.34 MW SEM WUHIMINBNEIINN (0) Li, o Fe, (,Niy 5,0 waz (¥) Liy o Fey (Nij 550

NNMANMIANIaN BT ugIuEaIlaTIas1aNINganIALaTaaLEs1Hin

Lig o5Fe, 0aNiy 000 U8 Lig o Fe, oNig 1,0 10ginaiia SEM audaslumndl 4.34 wuhiaauniinfiaaas
flaseaamegamaiilssnaudisinsuuazaauinsy snazaunsufimnaiindudsuinamslo Fe
Nnuamsinwmasdlsznaumaaiilogldinaiin SEM-EDS ludinueine 1 2adlaseainaneganmazadian
N Fe

. . [ 4 a ' a v @ . 2 a a
WwNNN Li Ni, ;0 Gauaaalumui 4.35 wuh Usinaduiwnseas Ti Husnaninnluuinm

0.05 0.10

[N}
o v

Nunnisnuaedy (f-gmﬁ 1, 3 uaz 6) uaiiSnadealuusnaiuisem («’\mﬁ 2 waz 5) lums
asefuthy azapnas Ni mnsnasawuldinniie 2 uax 5 wazliviinudauinissfiausnadidu
Pnmagluuumsideuudidiand wladaluia Nie,0, Iddetuluiaquainganani dunous
O
W LigosFe, 1oNip 5,0 813150850l T,mqa%'wwaﬁaqé’aashqﬁgqaaqﬁﬂszﬂauaaqdmﬁa GRMTON

N3N lATNEIINENLATATIFTNNNGANMA TINTNBIANBUNNLARVBIIFALFTINN Lij o Fe, osNig 0
wnsuzuduusnanmenivsinawes Li fld@emnn wazdiuweswaunsy sududuniddiueauwans
lumwene SEM Zaluwaiiisssinmsazanzae Fe lutSinammnnuazagluglveanaidalu Nike,0,
O
aauaadlumwi 4.34(2) vinafmbyesiaguniiniuvdunidunzsmeindudundunadalu

WaNNIANNNNG XRD  udsHamsAnalamailn SEM-EDS  2auidaiss)iin Lij,Fe, o Nig g

293 NiFe,0, Funafananiiimsazaniizaunsuuasnamvihluddmnamann
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