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Abstract

Project Code: R2562B059

Project Title: Influence of CuO powders on properties of Ba(Zro5Tiogs)05 ceramics prepared

by moiten salt method

Researcher: Assistant Professor Dr. Chompoonuch Warangkanagool

Department of Physics, Faculty of Science, Naresuan University, Phitsanulok
E-mail Address: chompoonuchp@nu.ac.th
Project Period: 1 Year (1 October 2018 — 30 September 2019)

In this research, influence of CuO powders on properties of Ba(Zrp osTip.es)0s ceramics
prepared by molten salt method were investigated. The optimum calcination of Ba(Zrp 05Tio.05)03
powders was found at 1000°C for 3 h. The additive CuO and Ba(ZrpesTin.os)0s powders were
mixed with various molecular weight of CuO or x between 0-2.0 and sintered at 1200, 1250 and
1300°C for 2 h. The properties of Ba(Zrgos, Tin.os)0s + (x)mol% CuO ceramics were investigated. It
was found that, oll of ceramics were found the orthorhombic perovskite phase. The optimum
condition of ceramics for application present in Ba(Zrg os, Tig.05)05 + 2.0mol% CuQ ceramic sintered
at 1250°C. It has the hightest density (5.57 g/cms), the dielectric constant is 2687 measured at

room temperature and 1 kHz of frequency, the dielectric oss is 0.01 and the Vickers microhardness

is 9.26 GPa.

Keywords : Ba(ZroesTioes)05 ceramics, CuO additive, density, dielectric properties, Vickers

microhardness.
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N51A (SEM)
5. AnuIaNTRNNNEIWIBNLIIRN BZT+(x)mol% CuO
6. AnwraNTBinnelnddnn3nvaesiln BZT+x)mol% CuO
7. AnuantR@naaaEsIln BZT+(x)mol% Cu0
Uselgenifianadnas lisu
1. ¥ madanadindfiindugruluniaimnayeains 28n uasmiassul
Hantuazdintasmnddaniesine Sifinlnawsfin
9. finsmsunanasmiiasansTulssme wisvarernasTeTsRUTAuAy

SRR

. e - o A% e § ] 1
3 vimansaTe il senunsniunBeudeduesdanadnl uasiduiy
g BiunifasninRAndussynimsindanmandinflsinsen e

nunanstunisvinddusialy
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2.1 BLannsies1fin (Electroceramics)

o as A ( 1 5 . n:l 1 A
Bidnlnsiranfin wisnfingtinguiesfindigs (advanced ceramics) fiajsuiiu

Baemiiniebituasuindnidmean fhatdemsintunguildarsanfleddnnsn
. i I RneaEeslamnmnug  (lead zirconatetitanate, Pb(Zr,Ti)Os) dmdultivin
gunaeTlanstinah vt Misutauaznaedudygin wafdnladidnnan
nuuEeu e (barium titanate, BaTiOs) dmsuldvindnifiuyszqinih uazissniin
wimdn (magnetic ceramics) e (sd (ferrite, Fes0,) %ﬂ?‘ﬁﬁuﬁ'ﬂqﬂ’uﬁﬂﬁﬂﬂmﬁuﬁu
suunAnuasianiiuiiedusmunauifeesdidnnawsfninndnmaniFeurie
winifl 32 nguueneanidy 2 Ussamdenaniifigudnansuasdinussannins
(centrosymmetric) # 11 ﬂﬂ;uum‘wQﬂﬁ\fﬁﬁﬂummwmquﬁﬂmo (non centro~symmetric) #
21 ng Tneuind! 20 ngauuwanAle@idnnan uazil 10 nguan 20 ngutlidumant
TsBudnvan (pyroclectric)  Badagazifininanlaeiununiasudogangantle Tay
wudianuwdlsaindnibuiungueasussasnlsaifnvandogy 2.1 aeennnshid
susngsrasguinaniuaniazddarinandlvadninilasenusnaftiiuTag
dnwuuBidanunesrasguinans uacligwnsavintiifanisnanlaad Wumaiin
Twanlstrduunuanned  (vector-quality-like—polarization) uﬂnmﬂdqfi’amﬁv’u%‘fﬁﬂ
Sannsrapudnanagies deinlinasananiniaindeuiiunlszquinuasaLEMNa

‘—ﬁﬁ&ﬂ%w%(dedntdtpoie)ﬂ%ﬂwﬁﬁﬁ%mﬂiwﬂ%m(peIaﬂzahen)iu%ﬁﬂ%%ﬂ—

Lﬂfﬁﬂ%ﬂWWﬂﬁ'ﬂ"T‘i L’ﬂ’ﬂTWﬂ’ff‘i AR URLYl "IT‘M LﬂﬂﬂﬂﬂWﬂﬂ'Jﬂ’l’J '7?11Tﬂ‘3ﬁ Nl il e —

Py [ A o/ 5 1 r-3 s
walwanlaifulinsudsuulssmugamg dafudadendtanminlsBifindnis
da 2 : ,

s feanitiunuiowuuenizatelussuundnsnlnlwalaiusd  (dipole  moment)

& a o a o Qu a A 4 v -
VNE ST Tan VRN yitiAansudsuuaurdamunerainszuaiilisnndnaon
Fanufmndlsdidnvniuszadnenudag nlstifnvaniudimannnandfindalies dai
FousnTanmwslsBif A Antwanlsirdune(d uazlnanl
Faeniaquislsdiinandnesnanaatufasunandfinlnan larduesld uazlnan (s

FugunsaasuRane A
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Symmetry Point Group
1

21 1

Noncentrosymmitric Centrosymmiric (Non-plezoelectric)

|
20

Piezoelectric

Polarised Under stress
]
10
Pyroelectric

Spontaneously Polarised

|
Subgroup

Ferroelectric
Spontaneously Polarised

Polarisation Reversible

Tungsten Oxygen Pyrochlore
Bronze Octchedral
ABO,

Ceramics perovskite

BaTiOy PZT PLZT PT PMN (Na,K)NbO3

qu 2.1 nsurknguessdaniu 32 ngu (7]

2.2 AlwdL@nyidn (Piezoelectric)

Tull a.a. 1880 ¥89d uazilued g3 Uacques ond Pierre  Curie) [HAuWU
UsingnisolRleBidnnin (piezoelectric effect) TundnuasarsiBadien (single crystal
compound) t#uARaned (quartz), BIFUAN (zincblende) wazyiaNAU (tourmaline) AN
“Aleddnndn”  sannenndndeulading dafuusngnnseifleBidnnindadiu

A o F YR (v as
Usangnianifiuansdentgadtalssq WiaTH Aadusuniunaniannusanadaidng



(mechanical force) vaaRnanileAe Lﬁuﬂsﬁﬂgmsiﬁﬁ?"ﬁﬁﬂnm‘uﬁmni:mumsuﬂﬂ
fia W (electric polarization) %u?uﬁ’ﬂqtﬁﬂfﬁ%’umnum%ﬂm%qna»(mechcmical strain) @9
nvugndatiiaiAatud andudadouiuannauaseadyagphilssubianmnsafians
Tnanlsiztulifoniapamilouduiaqnslstiinnin ussinlsBiinn3n anwilleBidn
yANAAT 2 uun Ae gnusenaninssyiliAaA21LAN (stress) fu iduusInavTaUTISR
azdenaliifinntsusnda i uaziirnisszareszquan uasauUNRARBTan As
Bunusngnrasfuuuildn Usingnisalnss (diect effect) dauRadimibineasinnasd
Uszquan ydaaudususadufitidinfusdagdniuuiusils (tensie stress) iause
M (compressive stress) huinuasnduii iaaalisumna iy tiidanisdanadafe
sngnisaifiaundy (converse effect) Wiallsngnisnluainad (motor effect) Agyl 2.2
rnusngnaafinadi wudBnoues Inansieiuaziuiumn asasnaudui ity
msumﬂizﬂwﬁflﬁLﬁﬂﬁu@zﬁmﬁuﬂgﬁ’wﬂmmLmﬁﬂ‘::v‘iqmutﬂmmﬂmw‘%ﬂLtﬁq‘ﬁ‘mﬁu
fiuie, 9

(n)

- I:""., ]

f

>

- -
._:d-..-s-:, +

-y
f

K:
t
:

1 4+

l.__‘. = | T

(1)

g 2.2 UsngnseiRledilnvaniudan () uwusss (1) wwudundy

LY -S4 1 = ray s = o AJ ]
antiagananenaseny s ledid nndnins@n ZefAans e dnn3nfina
0 & : (Y] o & A o o/ o I
navinga (Poling) Aennstianliinnszuanss iR Beediaiulufismnesineg T
yiange i Biiluliemnadiseiu Fapmanysafuasnavindaiuagiilnseadng

voeian(Ffiny isummansinueavin(iteleuaz: 83 iasenluBaInnioys: 86 uaz



Fwiumseadlssendnbunnndntesss o1 Bafludfiguilaeududflfianndn
Aeavalaunudien (single domain) AviadniiutagWrmeAledidnvan uazdnaiilad
Eavaniinfign nemnAaanfnyneiafiimnszuoumsundueedufiassilanmingsa
HanvFmdeuimnfiaynmie (isotropic) esimmevindarinTisamhatuimanslss

WnvidnuasifiuansRlediinnandineunu

2.3 Wi4l5818nN3n (Ferroelectrics) [8]

aanslsBilnnan  (ferroelectrics) é’mmﬁuwﬁﬂﬂizmwwmﬁ?ﬁﬂaummwm
gugnans (non centro-symmetric) Tagdl 21 ngu wudnil 20 nga iluwanfileBidnvian
Fohuganana(fddagnslsdidnninenduasileddnnin uwidagAleBdnninli
sufiusnaiuarsndlsainnin amisaifinlnan edainiulfies  (spontaneous
polarization)  damsiufain (Winin1adndeslutuiemaiand foudezbiftauamn
nswviniiane otliflasanda it disiune hianrsisasaussiifumnageannweis:
yinlida (Wi fiag Indidssdndushfiannaifiendu uazdanamunsandufia (reverse) Tna
st it Tx T auna it niuas fiaclifdagelundnen - dielectric
breakdown  Bauifusnaunniningeganantianiussnanaufiudariniiin - (electrical
conductor) é’ﬂqt.w{fﬁﬁLﬁﬂvﬁﬂﬁmimﬁﬂuuﬂmﬁ’umw%‘iﬂmﬂmﬂwﬁq wargongRan
#nr fodniwianlnainyEnidaasilndidnansinndd 1000 iagiifladAfm
ginntismatneninennns uidszndntonmindaqwslsadnndnantivelond
wnrzhapnasasmsdiuiagpaidnvn wuwEeslnimn (BaTiog) Saduwsfin

Tassasnmsgamn ilefinsiansladidnysnnnnstusunaiwiezfinnnsiwanlar
Hfunmetusnsin usndeanmuumiaitieunaneiiuegud nanlaiuluanslngidin
yAnfaznaneiiuguiiud widesuedradas Biamnaliineusndt by tidad
nmsTwanlaiin uandaanmualwinasmadugud Tvanlaaduacbiduguiluasing
\@nnsn Lwiai’n@mﬁuquﬁhﬁ'ﬂ E = -E, (e -E, = AvswnsudnsTwanlsidi) vinliidnas
1BAINES TN (hysteresis loop) Aaiiudnunizansaasladifindagy 2.3 uaneintuans
SuiTundgiaannsaguilifinnaiaunali validnnsaagomgfunu Tauunf

a o D d . Ao doda
anuens iR nmanidsngfigmmgRgendngamgffiuineudmil MBundgomgf

° =3 :l o L3 } 4
uudranslugaunfinamasaniuastisingnassinasininaanlaseaianinuas——
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inge (T ™ gemgRfigendngamgingaiu sinazaguanmenianBidnnin

(paraelectric)

P
P,
P
>
E E

1
-."U

5U 2.3 pandaEsendnsinanlsrdnazaun iwinuassans lsB i invidn [10)

2.4 AFUALILLULFNUDS

Wiausasunsnuneyar fazidantiasndt 10 uasauw naflantsunsesuuy
debivmunzanfiasiuaiisuannzdanuazuis nazuounisundesfougnuaat
Anvtincasdudenflasmynuiunetune Sannsunedduiimautiiasy Faavasauatu
MSUA 11 1A A uazduauesadaun SudumaiRvansinun wiu mune A
ulle uazguens wazaaTinsesiutumifvasaynafiundion Tnevialunnsusdinnifiaues
flmanadasn dasnannmstidiauamnatng) velmanendsemunafiifueyniaes

i as Y3 \ H py o A
agflugLuDIndsudnd (potential energy)  Tumuzfinsuafinazvirfiariadagennn

o/ A % o/ [\ o/
weasannifinuanauindn WﬂN’W‘YIYWﬂUﬂHﬂ’]ﬂﬂﬂQﬂ’YiUﬂLLUUﬁ@:ﬂ%Tu‘gﬂ‘llﬂﬂwmﬁ"m

981 (kinetic energy) dmsumnassafiaunantzananieiiduasivdndouiuas
v Wauafitasasyiunanndaniiflanumnuigeunniigainfen il us
tmafamadentidaumiusinesgnindnstesnafidentinege
wananilnaveadauaffiaudidyfiesfissiansondon Tneunfiudadaun
Aflawrndnasinindauniunnatng Weseinfivduinaiastualfsuaniaun
snndrdnfinundefianmings thasslidnsnsueiiutuduangaduiaasndnio
UBANILAYNIARY uazbunizisnmgesdatifutuduitanesioues dafudaeins
upeziRnudefuiRafiadn dufde vneessdaumEnaniues udatralafmudina

¥ a & o 2/ ! Py o L4
unfliasazinnadnaudiuly Medanein Bilaunbitusssnnweflasyinliaynnase



uanla Belundnslfngnsundutuananasaynianegion Smannnsuntiazanastia
ayniafauinidngs Sedininnisualidasg uareyniaBeaziiganin suflaunn
sz 1 Tupgaw azvinDinnsumibiluliandstu Tnsaseisindaintunisun
WARIFIZUA 2.4 wudrBadndaderiudunaeiiads Tnetladeiddny da undlinuas
mMafinnanienguassaynafiduiuifuawaaynia nsunszanaiaruinueg
aymasnas wazdwiluaymadnnadnauasiBusanaadasymadings deezin
Thaynnafiaanaufeussnnntu ilaantiaddnansmneayniasenisun Aslinisun
wufenuvinisuauunuie Taannst¥astaanszany (dispersing agent) Tusendnanas
um uaziflamneynainasaziimils a1saminniaAsmaiianisundes [WatHlE

mmayadnasivenafiFasnas (i

TUINBYMA

UARLILIUN

& -
............................

|
Fadrialunisundi Lauuuwian
—
T T t 1
0 20 40 60 80 100
LA (F9T89)

Uit 2.4 mneaymeiilisialatiunnsun

UM 2.5 Anunizniayuramiiaun uazntaiaReutasgnua [11]



71l 2.5 uamaFnEEMIIMEBmTiiaUA Fandipurazussqdinue Yanfidients
sanuun uaztaswaaiitaetunianszaneayniaszgniinatawimuasnguly
uianaNUNE et RERasNained nehmdisuaszgayfaenaiietiaaiuns
Anvsaidasnnnanszumnesadiouaium Aoidausesiinisifouiiadesnesgun
D Tnesziafeuilidanlalanndumis B Tuduwmis A ulaanasnnazunndudan
Fusneunsyudsninsdnuanini Udssmuueeynialdnassuliamnsountd
auBonasuilian sufulidnsasidanampmiiauatiazdowasiauminisinfioufives
finun uaewdsnaftitueuniams TaedasmainBidaumedeuludeiumisungn
yaadnentEAaen veldanAsuiisuntsuauuuiien funisunuuLuie wudng
uauufenaziliadmiandmasiindssmitiunisuaszinndtssnadagas 10-20
wifiisidanssfinsuauuudeniesintifanms@nuseraadauaFunnndn uwinsun
aastlsitiadenan Aens@euumanamdausfiianadnmsavdauantiuszninms
um FashAsduiudintly Tnsansszdentidiaunmadlaieiidousisufidensi
gomniiBuead vatidauawdniiaansminnisinodaliamnuusimingaesnsin

» = o PR S
#lH souilmAnidgonsidauafiflacumnwiNg 1y wasruan uazezging

2.5 RUIBENITRSlAA LA (Ba(Zrygs, Tioss)O0s)
wuGEearasTAma MM (Ba(ZroosTioss)0s)  iinansunguitlaifins iy
B9FITENBY FMFY Ba(Zrg s Tio 05105 ALERNS U Zr TutBsnausiasunniflawteudiu Ti #

Titnnsldl 7r azdunudan e (8aTi0s) TaefiinisfunungAnssdlsdilinndn

A 2/ =3 J o k4 LY =3 b %4
uaefinnsuwasuyadlassadnandnifiedwinliaaAleaid =ls9s¥nmnegania

AnTTuiaenuas BaTios  flassadouuuinasenalndnmiogomgd g% Wszanes
130°C) unit cell #89 BaTiO5 axfimuuugnuns (cubic) Aifinnadndelaneu fgomgfisn
ndnqaiasiu Taseansuea BaTio, aufansimdeatuiniien Wgquuuuees
wnanseTnues (tetragonal) uazaziliumdiagdatinfiamemuunaun c uiileld zr
Dar/Bums 0.05 Tua Vi MiAAu s AnEATeB &SN (dgy) UavANRNLSzANEMaWAE

wasrmnaifubiiuaziiuinng (k) Sangegadonsmiug 2.6
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Zr Content

gu'ﬁ 2.6 ANUszRVARIEBENYIEN (dys) wassndlsrAvAnsulAsunassunaiiu iR nasnAsam
Tiiuna (k) veieanfin BZT AfuBanm Zr ey i e o goumgR 1400°C [12]

2.6 ApUiladaan(ws (copper oxide, CuO) [13]

pptiles () sanladvdnnantad cupric \iurnsaliuvdiiilgns cuo vasuddsn
st hiaasnnsean odfadoseamasunsdndanilsdn cu,0 wie cuprous oxide Tu
guifiiungsniiFands tenoite (undndosianmainmilasuamasunsuaniugs
FadrvsanRndneiuazanalssnauynaniaug Snsnnune

gosluanga: Cuo

1Sums1Balna: 79.545 0./l

ATHVHIULY: 6.31 N/AL.TH.

ANRENINAL: 1,326 °C
qALAaA: 2,000 °C
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2.7 snéasuiiientia

B391nTl A6 2005 Peng uazAny [14] (ivinntafinunnisisdes URYENTIA2EY
anfinfleaEnyAnEsanea (BiyNay)Ti0s-Ba(Ti,ZN0s lasAgnnawdusuuuindasn
Tt Wiupaunawdeaiiuansiunan As Budnanniandenans BNT - waalmi
goung 850°C iffwiaan 3 FoTng uaziumanfiaas ¥innnseBesans BalTio.easZro.0ss)0s
Faiiugnafitndfiuudianianssiadaygm (MPB) 789 BZT yinunuaalnifigoma 1200°C
fiwnan 3 daTue ngnaTaeNMaSEaLIRN BNT-BZT wuugestunswilasan
winAeanainUffBensmdnesnaeflame (Zr0,) uazanslufieneiusi (No,COs)
%ﬁ@zﬁﬂ?ﬁLﬁﬂﬂﬂiﬂi:ﬂﬂﬂﬁﬁﬂﬂﬂﬂ'ﬂuLﬂﬂ'](’%’] A nihAinnswdeHIsaRn (1-x) BNT-
(87T e x winf 0, 3, 6, 9 uax 12 Senaxintlue duniswnBuineifigamgl 1180°C
fwiann 3 dnlag AiasnlAsesdnanaennnisianaunens e fiand wudnideis
U3uod BZT LW'34mﬂﬁuﬁmfiLﬂﬁﬂmw'ﬂmﬂ‘mﬂuﬁmmLﬂutmmizTﬂuﬂa WAL IRN
BNT-BZT \ARniausiugia fidnmonumiiuitszann: 97% wasanavnubmamesd) §
AN dgs gotle 147 pCN # 9% waq BZT Fufhunmenszinuen InfLBm MPB

Tl A7 2014 AHYHY AT9ANIYA (6] Tuanaduilfinnisfinunlaserinama
uazlrseadeqanATeInsnaniEs fin 0.78T-0.3BNT Awdandaeidindaanieduay
infenaanwmanineld BaCOs, TiO,, BipOs UL Na,COs Huanagadiuinansnafiuununas
Hanmuduos 24 Fal Tnelienusaidusonanlunianas arniirinusie fm
1R wazvinsuAs [niigamafl 600-900°C oAl 2 #alue Frudmans i

L (v u‘; “~ v U J
annadan 5°CRNT iReniNieReiE A5198aL L AS ST aANemARANTTIREILW

o/
o

1 i ) s P
y45sihand-ORD)wudridaufagomg g ILARTEHRBININAN Fi

dnlnisnndoanisd Mndumnfonaenna Ao o goingd 900 uay 600°C
ANAY aiiuiatindenasnmaail (UtisangamgRTunauaalsill asaeray
TassadneqaniafisendssqansamiBidnasauuuudasnaia (SEM) Wnlumeuaynia
NUIIDYNTATBININADN Foantrnsitin fnnsdumuiiungsfien osuneyma
AT INANIINNINENY SEM  WUSImNIREyAAIRALYBININAn 0.7BT-0.3BNT ﬁ
gomgAunaln! 600-900°C agftutae 0.2-0.3 ym

il @71, 2014 Liong wazaniz [12) (Fvinnafnenen@niesnfin Ba(Zro.esTio.es)0s
(v3a BZT) Aflnaifin Cuo g]ﬂLm’%ﬂuﬁwﬁ%ﬂﬁﬁ%mﬂmmﬂmﬂmuﬁq \aftnunlasarsng

wazantAn i wudantadis Cuo haBnouiniisaansnsnangomgiiunswndu
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waduasyintilaseadneraaigsn@in BZT  Aiflnnaidia Cu0  faonamwiusiusannd
Thseatnores BZT 138 wfiniidin cuo TutBunos 1.2 3evacTnglug vinduaedi
goimgi 1250°C faniaRleBidnyanialna AU AanER e S NYEn (dss) UEHnol
320 pCN uazdnUszAvanaiAsudssmnminlinia () s 44% TunsnBunes
w578 BZT Aiftnsidin cuo SalBanms 1.2 Sauaclaelun a:WnomgfandgamgRi
HhinawnBunediosnfin BZT 1iqviday 150°C Swmniinlefifnvinues lwsnfnia
saszuamrNTAmdauimenanilioinmstnuaninaregomgaftidmsusngu
wadiganfin BZT Mdu cuo inBunn 1.2 Sasazlnelug snsfigomginiswndunss
wanllwudnguuuunislasss@niesnfin BZT fifinnsidin Cuo fdanauansiusle
gomnfnswnBusefifisiuen 1200-1350°C sinbiflnnswdsuguuunsineansu
nundiuRmnfudanaudiminddnads

Feazifndnrndediniaedusnigandndid Bz1  iuasdusznaugiu viadu
sefsrnaundnadnmannnangasdszney Wewsrananadenlafiomnzaslunns
WwBLNRIH AN WGz EIAan ATaT AR wEneshazynd unsTHe dmuamidded
fATeRadunn AnTunisindesnendnuazissnfntuszun Ba(Zr osTio os)0s laeAfinde
wasNwia LasAneasifveasiin Wandenlfivenyafiswnsaiwszgndli

suld
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35n15998

3.1 §15AN

3.1
3.1.2
3.1.3

3.1.4

3.1.5
3.1.6
3.1.7
3.1.8

3.1.9

3.1.10
3.1.11
3.1.12

KUEENATSLIBLA (BaCOz) AMNUBEVE 99% wAmlntL3Eh Merck
waslaflunlnaanlad (20, ArnanAqviasasas 99.0 L34% Riedel-de Haen
Tinsteslaaantad (Toy) anuuAgnisesas 99.0 nanlagu3sv Sigma-
Aldrich |

aeviiadoanied (CU0) AmIAgnENINNdIviniL3seay 99 NARlasLFEY
Fluka

TwunaBennanlad (KC)) AnsniAgndsasay 99.5 138N Merck
TAgnaaelard (NaCl) Aamusqrisasas 99.0 138 RCI Labscan
ANSALANLBADS HIN9N (AGNO3)

\fiauaanased (Ethyl alcohol)  AawUAgNEFeYas 99.8 13 Liquor
Distillery Organization Excise Department

sngi

snlsnemnlaneu

alofauasnagad (Polyvinyl alcohol: PVA) WanlaeEEH Fluka

N3 #ARLALU3EY SPI Supplies Division of STRUCTURE PROBE

axilon

RTAINTS THA 6,3 e T (R liasinms (Fmsudnsinmsniin

3.2 qﬂnssﬁ

3.2.1

3.2.2
3.2.3
3.24
3.2.5
3.2.6

\WansFoRaInaanNazBaanaflen 4 dumis U3 OHAUS g PA-214
AMTFDWENT

narlawarafinnianditin

qnuadifie-trasladly (Y-2r0,)

WiausmAnamSunINas (magnetic bor)
uhmsniaamemasdmiumnseiaaflsuntetnaus UL bal-miling
fininadanim 250, 600 uaz 1000 AAFARS
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3.2.7 nazAEwasa (foil)

3.2.8 NITAMSEIFINNT (weighing paper) U35 Whiteman

3.2.9 MTUNTITDHETT

3.2.10 asnuAd13 (agate)

3.2.11 daudnans

5.2.12 Anduduem

3213 Tnfithnn dmsunlgunsoivdetummmdniasasenn

3.2.14 ulsefranan

3.2.15 {neergiun (alumina crucible)

3.2.16 wiUnnamsLan

3.2.17 wifailanzdmiudatugUanaduingudnans 10 fafwns

3.2.18 \Windinszuulelas@in @4a Carvert 91 C #3912 |

3.2.19 nusuiinsSaundaniaasruatsfianudman (hot plate & magneticstir)
e 1KA 91 C-MAG HS7 dszneiassii

3.2.20 winaulwin B¥ia HOUSE WORTH 4 HW-8085

3.2.21 i lWihgomgRgedmiuisngs wAnlneudin 1alsd 4R gomgRgen
1200 °C 9w L9/12P UszmAlns

3.2.22 FAneanediludamAiied 8 CORAL Uszmadiiu

3.2.23 PAmaaiiaRRwes e YUGO fu M920

3.2.24 PAnaamasluines Ba OAKTON

3.0.05 |ASE9R919EUNISRYILNIRSSIEWNE (X-ray _diffractometer) §u X'Pert

U3 HY Philips

3.2.06 1WAa9 Sputter Coater 1A%% The Polaron 9% SC7620

3.2.27 NABIqANTIANBIANATENILLLARINTIA (Scanning electron microscope) L3
LEO 9% 1455VP

5.2.28 Ammpdm3uingns e Struers 91 LaboPol -1

3.2.29 1rBeTantuuiesdiuqanIA (Microhardness tester) % Jinan  Testin
Equipment |E Corporation g4 HV — 1000 sianauurAninad (Vickers) Uszine
U

3.2.30 néasqavsaRmiuuLues S OPTO-EDU 4 A13.0205
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3.2.31 nassfanaasanUaudm (Digital camera for Eyepiece) % DCM — PW1
U3 Pro.way optits&Electronies Usziienaasiiy sionasiuaauRines USB
PC Camera 301P {#lusunss T.DN - 2 Microscopy Image Processing System

3.2.32 naLAnENsIELes 150, 240, 360, 400, 600, 800 uaz 1000 ATIHNNIIUEY

3.2.33 \ABB9 Precision LCR meter 434 E 4980 A, 20 Hz — 2 MHz 15 Agilent

3.2.34 nszAein Microcloth U35 Buehler UsEinARNITaLNGNT

3.3 NSTUIUNITIARENMINAN Ba(Zr, 05, Tioos)0s 1meRBinRavasngg
WELNHINAN Ba(Zro0s Tioos)05 98 BZT AneAdinaananuingn Tneninanshagiv
BaCO3, Zr0, Wag TiO, ﬁ@:‘fﬂﬂﬁﬁmiﬂuﬁqmmﬂumugﬂ 3.1 ¥inn5591599% BaCOs,
Zro, uag Tio, ﬁﬂuu,ﬁqmmumiﬁqﬂﬂum‘mﬂmuﬂums (3.1) AN EIRISAN
UinairnnidneedssfirsifiannaazBen 0.0001 ndk fagU 3.2 MagaaNnTs

wilfusauniatinsanail

BaCO5 + 0.05(Zr0,) + 0.95(Ti0g) —> Ba(Zro,0s,Tio.95)03 + CO; (3.1)

° < o + 2 A a 1 4 a a2
viransisunnlalunsiinamanafinflussqgnuadiiie-wesadlaudafisiefia
2 § o/ ! A W v ° ]
ueanagadas(Usaaifaiduiadisuntanaafudiasiliaanuaainfuansuuwiumau
wisnnawasawiLmnaslianRaungssaNs13uLUL bal-miling a1ag 3.3 ¥Yinns

&I/ ¥ A 2/ o o L4
ﬂHNNNﬂQ‘iLﬂHL’JﬂW 24 ’lf"JTNQ LL@’)ﬂiﬂQtﬂq’ll'ﬂ\‘llﬂﬂ"JVINﬂNLLﬂ’JT’i‘iﬂﬂLﬂﬂ‘E H'{quTVI

] & o (73 [%

Umel

4 l’: 9 ¥ o ﬂ’} A U U (]
e 120=130"C Harnmariiuiua i iWeudnrsuie iwivaiimduwasietas

Hou 2 Fali FnnstanmInaNBenTunTsTew Wl Eenadauiidnananas ilanaudiy
inRanay Badunswdennaningoeitindenasnmas Tnaesieduannfonansell ¥
nawdsunandslnminnia 2 «fia Wud NoCl waz KO sudiseimisuningy 3.1 ifiu
a1 1 Falne vinnnadassiadin Nacl uaz KOl faundannudnaandauanlng NaClKcl
i 11 umndersasnantiunsaniduagn 10 wiit anshainndefnanFiluun
naN AR T Tudndaw 1:1 Taesimin [15-17] wanssiinaufuinfanasuda
Flrldsnargiudanudnhlimuaalnifazmn i (U 3.5) TnaudsAgomgity
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nwuaalmifigomgR 600, 700, 800, 900, 1000 kA 1100 °C Wwaam 3 Falus
Fnadnsinisinamdon 5 Chndt wnmnmsenuas iy 3.6

51 3.2 wansaEnsANATELavARN 4 Fuds (0.0001 N3N)
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7U 3.4 WL AN S auuuUirgaAuaNTfNsuNmAn
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51 3.5 wun igomgRege dmduwuaald

A

3 dolue

> 10a1 (Holuv)
51 3.6 winmnasnuasind (ne Tc A gomgRAtitunisenuaalsd usz T, Angamgivas)

vinanAnfiliannnismiuaalziuda o goamgR 600-1100 °C lupnindeaan
Tatmsdndnmirfiusrenlaasuiiduanien sunssivnaeladleanudasznunly Tng
nanaseuindiraalsdlosaumeagiabifaanamenasszaeBanestunsnaly
shfafidnanfeasnanmendn @maninnsiranfasanteunagaulszin 3-4 seu
riau Amegauiiishisaufinay) drdefinzneunngu fadunznauyes AgCl uanednd
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. Franfenenanwannnun vnnnaknsaunssiabifinfamAaaguda Faiutaliing
w@n BZT vwawiin BZT Mwdusliannifindenaasuman yngomgRuaaled [UAmanei
nsnafiamsfifisausoamalansdaaneesidiond uaraseasulnseaineqanin
saansnAni ik inelindnsqanssmiBidnasenuuudnnsin RS AASTURENNTS

\WRHHUATAIIEELHINEN BZT uanadiaunnialugy 3.7

g = 1 -y
- tumaunawdasnendn BZT lngdtindanasiings Tnamsulsagmumgiinisun

- uan (el
BaCO, TiO, %0, - ka | | Naci
| | l__l_—,
) - - -
vawauwdbnedsiontuea 24 doluo unuauﬁoaﬁa 10w
rinufio/davuna mﬁawau ‘
7 :
) aswdy
) ansuay mawan

1 I

U 3.7 UNWAINISIEENHINAN Ba(Zrgos Tioes)0s WEARINAENABNMAY ULsAgoMRTHN5IMN
3 9 NG
wAn (] fous 600-1100°C ifhwaan 3 dlae



20

3.4 NSSUINNISIHTENLLSIAN Ba(Zrggs, Tlo.gs)0s + (x)mol% CuO

viwendn BzT fdendewlnswuaalmifimsncaalfudaanniatie 3.3 an
HaNURINGN CuO Bufiundanieuen TrenisudsuBanm Cuo Aaud 0, 1.0, 1.2, 1.4
Az 2.0 mol% Tnenfia PVA Aiftamdindin 3% (rdanTunisdszam) tudnandau 1 ven
AERINEN 1 N3N Shauanssenaiuemadndunan 12 7lue viuksuazdnan
AMNTBHINENNENTENIN BZT AU CuO mnAnaausinee mé’mﬂvugﬂm%'\m: 1 ndu B
Fuamfi Facidnunmuusiunas Disk) Aflmnadusmngudnansszann 10 Aafiuns
TagvinnssatumifantTany #9951/ 3.8 foepdasdnszunlalastn g 3.9 dawmau
4 0.6 51 inann 25-30 Aundt e [FEusniiniuniadatugy (green body) Wi
FobwndnEeetuninazgiun fgil 3.10 sillwarndasioyssaeaniigamg 550 °C

Taelisinanmnudanetnedag 1°Crnft Mumuniwbigy 3.11

g 3.8 wiftuilans
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green body
Ba(z"o 05,Tio_95)03 + x mol% CuO

e e

naozaliun

51 3.10 AsREEENN Ba(Zro s, Tig.g5)05 + (X)Mol% CuO UHAABLRUN
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orunpil (°C)

A

550

v

g 3.11 unndsnamndarindn PVA (T, Aegomigiitias)

wiaanviinaainda PVA uda sidiadusausnBesadluitsezglunitsaeiuuas
naukasnsazgiin @il 312 Wetlasiulniaanudanasfoniihesdusmeendng
naBwaeiAnnmie uaziiunatasiuesdeunaneindusmluarndnsiianisngu
wef et teinudanilinguneslnalimiliih - gy 313 o gungh
1200-1300°C iffssaaninm 2 #alus Tneftdmarnastiinauden 5°Canft wmnmnising
Buwadiiudegl 514 am@usedaudaulasine uda dumsnAndlETudrouazsin
AvNEzaaTuEnAsadaeLAd i anslaiin f5i 315  nwandnfidnsianans
azaaudaaufnoimauliingsgy 3.1 uaan 2 dalus Suseunisedenuazasessy

anliAvasIln Ba(Zro s Tipes)0s + (X)mol% C uﬂmﬁ'«muﬁﬂugﬂ 3.16

N

i

il

Buomu
Ba(zro.o5,Tio.95)03 + X mol% CuO

woozaliun

g 3.12 ATAABEIBI BA(Zrg s, Tioes)0s + (XIM0l% CUO Butreavgundmiunmsmndunns
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5U 3.13 i inigomgge dmiuwnunes

prunpis (°C)
A

T,

U 3.14 wiunmnswnduees (Ina T, Ae gomgRRtitunsunBuiaed was T, AegomgRvias)
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fansaledn

1 3.15 10309

B



25 X

dinnemyn
¥ e
AUADHNISLATUHNURTATIIFOUNNTAVDILIAN Ba(Zro o5, Tioes)05 + (X)Mol% CuO

21 9m 2565

WOWAN Ba(Zrg o5, Tio.05)05 AWNNAATEINED + x mol% CuO + PVA

|

vawausnédosioniuoa 12 59Tuo

!

OUNAY

|

ua/sou

sadugy

!

1w1Buines 1200-1300°C
whinoan 2 dolvo

!

10Ss10n

—Ba{Zrp o5 Tigos)O3+x-mol¥-CuO

!
| ! ! ! !

XRD SEM Density Dielectric Hardness

U 3.16 WHWAINSITENLATATIINBUANTRLBUTTIAN BalZrges.Tiges)Os + (xIMoal% CUO
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Y o’
3.5 N15ASIIRDUINFAEATIANISIREUNTBITINBNG

1

E hkl

51 3.17 SRR IBNFINnINLYBIaTaaN [17]

wEnfidnrar@esiasansresmtraduasdeunduineg Uz (k) Fagu
317 dafiananssdasistiondanduazasninantl o yn 0 SrrAufiReawm
aanuiiflaifen i anfanisma i e sdosflszsemafinensnin
ptuagiiiudnnurinrasangnanin fosmnsndenlideannts 3.2) landen

ﬂumsﬁdfmmﬂmmsﬂﬁ (Bragg’s law)
2d sin 8 = nA (3.2)

A 1 ]

e d dussesvnessndnessnueasn@n (hk )
6 \umssndnssiannaviuntasuurendn
n idwagsmandinle = 1,2,3,..

A ifuarneaaRurasssdiand

psaaRBLfntAtmaRETuasitiand asliguuuuntadeauniiunndnety Tnef
'gﬂmemmﬂ’iﬁrﬂqmuwm%’oﬁmﬂ'ﬁﬂmfi’mLtﬁimﬁﬂmﬁuﬁ%ﬁmwLawq:wq:wﬁqmé’u
Yagiiug Aoduiiminedasladmiunsaeda (detector) w1spsuSeRiandfinezideannsn
andantuiumising fezamnsansssaaulFdriaphuiniagrieaseiala Tag
Rersonaniiaysvasanuduiutssendndnyueaswusni (Bragg's angle) wazANLix
vasfinSsdienduasquiuunmaieaniiuaing (qu 3.18) Badsitlindnaniudadnasus
asrflnasfiguuurnnadeanuiifiudnuaziennzuansineiill Fesnmmsmirguuy

A’ (%4 o 1 L4 o/ 1 A ]
189nsIREaUNIassIRiandinseseuFanBsufisuiudieysrasansafiasine Afleg)

[ [ - A ] a’ $ o
nAnusacElaestnauazn1sTnEesraesaannalufiuansei lesiasn———
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Tugmulinsyannnagau (JCPDS files) \Aonsaemsurinzsansfiiainls TnedEuannisin
BRI Andieden [Fanunalaly holder arniuirluasfiudinnidasdmiung
Bemlurdes X-ray diffractometer (31 3.19) udsFuAadaclas Himasuad (Cuky) il
WS sRondAnmnnemaiulssinos 1.540562 A aansnday step Useanmos 0.01 assse

a . -  , d
Anft aanana 20 91 20 e (Uaudiefirnegy 26 i 80 a9An

Powdered
sumple

S <~ X-ray
squrce

Y X-ray detector

(@
| (200 -

W -.(222)
=/

' A RELRY (400)
! |

tnrensity

i } } } 3 )

— ——Ju v

1 1 i 1 1
0 10 2 30 4() 50 ol 70 30 L]
20

e

71 3.18 nannInsrREUWAFIEWATA XRD wazrtgLULINN SR IIULTR S Riand
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Ju 3.19 Wiaa X-ray diffractometer g X'Pert 1i3%% Philips

3.6 M3nsI9RaulAsIRE199NIARBITS AN Ba(Zroos Tlogs)Os + (XIMoI% CuO
VIR0 Ba(Zro o5, Tio 05)05 + (x)mol% CuO la x = 0, 1.0, 1.2, 1.4, 2.0 fiwnBu
wasfigomg 1200, 1250, 1300, 1350 uaz 1400°C iffwiasn 2 Falug uwinns
MIeNALANHALIBdlATIRENANA Raviiuaysatinyaassnfin TaminBusmursniin
Ba(Zro05:Tio.gs)03 + X mol% CuO v;nL?;ﬂuTﬂuqﬁﬂﬂqquﬂzﬂﬂmﬂqﬁQﬂLﬂ%mé'm'i'f[ﬁﬂﬂ

g 15-30 wit iandndsanitsnasnllanniandingueny annsasin ueuly

o o ¥ ° v Y P as | Ao v
Wi udindaindnsuaanduiuand shusdasulfinuugmetsasdoatng ARadasm

1 ol [ %3 2/ 2/ o/ ) A ] ] } 4
nAsuauiuty TngdntiRanth (surface) avdag umniimnsansianitsdiaadios
wAdA SEM udvinnsiafauRanesBuinudaenassnlnelimaiia sputtering Faala5as
Sputter Coater §iagu 3.20 amiFnilvinsnsaesaufanniasqansamiBinasau

WUURBINTIA (SEM) AeqL 3.21
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51 3.20 183 Sputter coater {14 SC7620

U 3.21 néiseqanasrmiBidnaTBuuULABINTIn LEEM LEO 91 1455VP
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3.7 MSATIFADUAIAINANILNY (Density)

MIANAIEILNEBNTINRN (1-INCTNO-(x)BT Ynienlizasnisdunes ﬁ
wienFTanandemdnnisunuivieasansAfiAg (Acchimedes) (18] Bxaminsanfin
Fasnnanaurnsndabaindadaanm 2 g2l Altiduaine uasfobigadh
Fapiufiungn 1 Aneniidainundaluih Wy Fenzfien W) wesilusulumey
Tiuaan 1w lesisndensnsuis W) Taelhirdasisianaasenisiugunsal
AmpnnamnuriuAaziBan 0.0001 n¥w fagu 3.22 wlidaihdfiliufmasman

WUMHY AIFNNS (3.3)

W,
P. —Y 1R szo (3.3)
W, =W,

dle  p. Ao Ammmwinadmain
Pyo P1B A NTa I TigomgRIsInnIASEY
W, #e SwrineaaanfnidsTuanniaaeud (uaudi)
W, Aadwinaesrsninditeuaiien (namunn)

¥ o 1 \ 3
Wy A mvmn’nfmL'ﬁiqﬂﬂﬁm‘fwmzﬂq?um (Hamdian)

U 3.22 \instsRAnasiawaeiugUnsalinAEIIIN
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3.8 MmsfinumasiiinBifinyin uasnsgiRelasananaieumnslaiifnnin

Fnsiees@anarsnin Ba(Zro.05 Tio.o5)03 + (x)mol% CuO nnlﬁﬂuTwwﬂqnqi%u
a4 dmiuntsmaaaudamAtadilnBidnvan uaznsgaleiiaseinaasieunig
Tndidnan TnamsiaRonsinasiunarsnfindannszamemsneiuas 200, 400, 600,
800 uaz 1000 mmawy Tnatianmadmiuinans doqu 3.23 WaliRaisaaediny
saadnaguuwssuussdausinase VdwmiludnerinanuazaiaRaneridis
dannaaringndnanuieadntionferidnesnianiingaeanurtueiivinnnsin
Rawdimasesnfin amiunivhiauTuieigomafiszine 120°C Teeliioneu vundn
IARAAHTLA A H U N e s EuaNn 1 vindafe e fifluanAilafuuy
Aamea (51 3.24) vhmamnm@uiavindalasmonnfuiiasiua Buemudaingum
Tauialinduuiseuasuiorasing Wadusudiaillvinanazenesuinees
Fuamdinzazalnuiaiasiunisfontdetuenfionti arnibaintunui Rl inng
Quftgaigf 600°C (waan 15 it Wamsnistwas gamgidin 5°chunft daumnm
51l 3.25 aanasauiafvinlidfatunasnioiasduidabifioslaiufines s:5s
attiornsfumasianiindantiems iniwmniilixyinnisdndrnnuq i (©) uazen
nagadeidassnacadaundedidonin (ond) Taelfieses LCZ meter (wdme
Precision LCR meter 54 E 4980 A) gl 3.26 Safinanadl 1 kHz ﬁqquﬂﬁm ATMITHY
femltusmantinsimnamnsasiilaBidnnan (Agnmeandiing Henanns
(3.4)

tC
g€ =— (3.4)

€A

o & A AnaeiilaBidnvian vidasnan e aANR S DB

€0 f1D ATENWEENIBIFTYyINTARATLSTND 8.854x10 " F/mm
C Ao ArAaug Wi

t AD AoHINIZEIENIM

d o o v
A A AuintindreadBun
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5Y 3.23 anmyudmIuingaiansng

. ) .
SR LY AR T T L T R
e mcmama.
"B

U 3.24 fanaaesilaatdunlas

600°C, 15 uan

T,

=

an (t‘i‘afuo{

g 3.25 wunmnrwhisraduemialinduiniudwn (ne T, Aegomaivas)
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51 3.26 1pA83 Precision LCR meter 1 E 4980 A

3.9 MsAnuIENUMBINauaITsIfin Ba(Zrg gs, Tioes)0s + (x)mol% CuO

ANSANEIRHTRIBINALBILINANTHITZUL Ba(Zrges, Tioes)Os + (X)Imol% CuO furs
AN X u,ﬂzm.l‘sﬁhqquﬂumsmﬁum'ﬂ%ﬁ arl#sns9amaundnnuieseiugania
wuuAnnad (Vickers micro-hardness)

ynsedesgueslngingsifin Ba(Zro,05. Tin.e5)03 + (X)mol% CuO v;m‘fmu‘fﬂ H1
vansimdla sy wazinnisialiniiunsvan Taalnszammmaaiued 150,
240, 360, 600, 800, 1000 uazl¥aiisdnsinmesuunannIA 6 um, 3 Pm uas 1 pm
WHUNNTZATEEA DP-Dac, DP-Pan, Microcloth  tiladimianiinianfin Tne e
dmuinans fagu 3.23 daalunisiaRaniinasiue dafaniiuiiunazanuda v
Susmpndnsinaenazann aulivis udnilinesaudiasnuuiszduqaniauuyin

nesfasidnmasaunauisyiugana Aliinnsmeseudasinnauudnined &

51 3.27 Tasnsnadoslnasuunn 300 asu wdianaifiuinan 15 funfl daetineaz 10 95
o 1 A
RRIUINMIAURRY
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51 3.27 waneinAauudeganin (microhardness tester)

I = o 2/ A
ﬂQ‘ii’I’lﬂ"lﬂQ”INLLﬁﬁkLﬂU’JﬂLﬂ’ﬂ‘% mmmmmm‘fﬂmﬂﬂumiw (3.5) [19]

P
H, = 1854.4(—2—) (3.5)
| |

dla o Asdersudchumiceeadinnes (GPa)

D

P Aalnanfiliudvang (N)

d ADANANINEINRRLYBANUNULINNTDITDUNA (M)

)3




un 4

HARNIS398 WASNTI9BAUSTNS

41 HANISNSIINDULIASINEIINTUDININAN Ba(Zroos Tio.es)0s ﬁuﬂsqmngﬁms
WLAR (3
INNIATUNHINEN  Ba(Zroos. Tiogs)Os WMEATINAaNAaMNAY  [Fivinn1gueen
gomgRtuniswuaslziA 600, 700, 800, 900, 1000 Az 1100°C iimanum 3
$alag Eaednannnstiananten 5°candt dantnasinisdafamdlealivnedanis
Runwnaeesamand (RD) iWant@aulafimsnzas luniswauaalmiuda R lAna

£ = P d o P . o
1AgYBTaININEN JULLUNS RN RandaaInnanN Bo(Zros Tioes)Os lHILAS

Tovifigomgfsine uamalifogy 4.1

— A 20, mKel
g & g *::zo,o NaCI
fal- sl= o~ &6 &2 &8 o~ = 2
élg'« %‘:AE gg g, § g& g 8 gg 2 1100°C
1A A A A A A
J 1000°C
B Y/ I Y W | »
: 4A
; 900°C
§ ‘k 800°C
7)) A A VI =/ .V A
: 0.
D A 700°C
sid - J gy R
=
— A 600°C
. ot RIS N . *
" * . non calcined
e o= = * % - - A *

20 30 40 50 60 70 80
20 (degree)

g 4 2 . L4 ] AJ
a1l 4.1 UuunsdEnuneesistianduneninan BalZres Tioes)Os Aifalimuaatn! uasfivuaa
Tl 04 g 600-1100°C fiwiaan 3 Hali dandmanniatitaanadou 5°crundl
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g 4.1 wm'flgﬂLmumiLﬁrmmwm%’eﬁmn«z‘mmmwﬁﬂ Bo(Zro,os,Tio,gs)Osﬁ
yinmsuaalnl o gomgR 600°C 1 wuidliifunmAgniuasdeflinaunamnads
&’umﬁﬂﬂyﬂmﬂﬂﬁm%ﬂuLﬁﬂuﬁ’u'gﬂLmumm%mmwm%’aﬁmn«ﬁﬂmmsﬁé’ﬁﬁLmuﬂﬂ
T uandlegompfuaslmifsdud 700-1100 °C wudnfinmavesudadhunmsgns
ABININAN Ba(Zro.05.Toss)Os W7 ATMEIENMMYEY Liang uazani [12] 91nflazmsnemey
Tnsemdnganiauaanendn Ba(Zro os. Tiogs)0s Aladatsznounindendanlafimunsas

T"Hﬂ"l’i LNqLLﬂﬂT’ﬂﬁﬂﬂQNQNﬁﬂﬁ

4.2 HAN5N3298aL 1ATINEINGRNTIATBININEAN Ba(Zro0s Tioes)0s fuusgomgitu
MSIHUAR (T

AINNISORLHAINEN  Ba(Zro0s.Tioes)0s WneABINRaNaBHNWIAT Hvinn1suesn
qmmﬁ‘fumstmuma‘fﬁﬁﬁ 600, 700, 800, 900, 1000 waz 1100°C \dhwaauu 3
Falae fnedmanniatinnusan 5°candt TvinntstnenmdaendesganssmiBiinaseu
WUUFBINTIA (SEM) lenanunirgilsnsnasnandniits UsznaufiuiulinyafFainns
ARTeinaa1nnis XRD Wieriniidendenlafivsnzanluniswnuaslndealy nanns
M5IIADURILNFDIFANTIANULLABINTINYDININAN Bal(Zro0s, Tio.05)0s Fruaalnin

gomgRsinee uamslfisagy 4.2

51 4.2 awshefandsqanssmiLULAnINTIATBIHINAN Ba(Zres. Tioos)Os Aellmunaled uazi
wanaaled o4 gomgf 600-1100°C ifiuaan 3 #alug Faedmaanistinanniau s’crunft
() feldliunalmd (1) 600°C (A) 700°C (1) 800°C (4) 900°C (R) 1000°C Ua (%) 1100°C
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U 4.2 (sin)

a1ngU 4.2 iunmedreenniasganssmiBidnasauuuudesnTa (SEM) 1899
N&N B(Zro05,Tioss)0s 2 AEIGMIUARTT LAz ILAR T tu gaimgR 600, 700, 800,
900, 1000 WAz 1100°C AN ALANIININEIBANHILBBIDYNIAVBININEN
Ba(Zro 0, Tio 0505 A9 iumnuaalmbiudanusiiuanananseiianmwanii gy 4.2 (n)
ewuasled o gomnd 600 uaz 700°C nenAndiligsfidnunliminame fag 4.2

4 v v @ A o & o d
() uae (n) Beazaanadasiudayaf(fernguuuunisdeaunessiediandiannsi
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qompAnswuasleiiiiy 600°C  Adufiudnfaflidetansdeiumnagun uif
gomginsuaalminoud 700-1100°C i fayaanns XRD wudnfimanedusiauin
LWﬂu%qw%ﬂﬂawqwﬁﬂ Ba(Zro.05, Tio.o5)05 WAA usianareaefasg SEM wudn o4 goungf
newWLAS NI 700°C Anunizsasayniatinliniuans fagu 4.2 (A) daiRngnmga
nswnuaalzdiiii 800°C aymarsswandndaansfhutloidieati uidelaunaeynali
sitanefimnadnuasrgjuniuliiu dqd 4.2 ) Wlegamgfinisnuaalnids
900°C aymaraswnAniianufiuiaifeaiu fnnadnuasnnatgiluiisionss i
qU 4.2 (9) nasienmmgAniawnuaalmhifiu 1000 uaz 100°C wudwawdndEiiu
aranflaifinai uasflounasiianadagl 4.2 () waz (1) eRersaimuszasuiuiy
;nJn.mumitﬁfmmuwm%’aﬁmﬂ-ﬁwmmwﬁﬂ Ba(Zro.0s Tlo.05)03 Al ﬁuﬁﬂﬂqquﬂ‘fumi

AR (I BIMINEN Ba(Zr os, Tioes)Os LW 1000°C
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4.3 HAN15N519NDUIASINE NI DBNYSIRN Ba(Zroos, Tio.es)0s + (X)Mol% CuO

WNE5RN Ba(Zroos Tiogs)0s + (XImol% CuO m%miafﬂﬁ%ﬁamim 77 15780
BZT + (0mol% CuO fwBumadfigomgRl 1200-1300°C ifiwaan 2 #alie msaeasy
Tassadramiadosmafiansidnawuesistiand wusUiuunisifyaunessstiond
\Tudiag 4.3-4.5

111
- (102)
(300)

L (100)

S e
> (201)

= =)
L (220

=

BZT

JCPDS file No.08-0399

g J | A ' o /5
40 50 60 70 80
20 (degree)

JU 4.3 3‘1JLmumm‘{mmwm%’q@mn'ﬂﬂmvmqi’lﬂ Ba(Zro.0s.Tio.95)05 + (x)mol% CuO e x = 0-2.0

20

—

Intensity (a.u.)
L
gl S e . — %—@—mm
—
—
>

wWBinng o gomagi 1200°C hwamn 2 #alie daedinsnistinanusen 5°cantt
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5 1250°C
g s & & < & g g =@
2 glx = e g8 d 8 & 20
- = A A A ]
-
= 1.4
. oA A A ]
«
N
1.2
;E’ . A o A A Ao ]
7))
= 1.0
‘9’ A A A A N A .
<
- BZT
| JCPDS file No.06-03%9
11 L I | 1 1 L
) T y T T T x T 4 T T
20 30 70 80

40 50 60
20 (degree)

7u 4.4 gmmunqitémmwm%’eﬁmn‘ﬁﬂmmmﬂﬂ BA(Zr.05:Tig.95)05 + (X)mol% CuO e x = 0-2.0
wWBuned o gomgR 1250°C iiuamn 2 $alis Faednarnnalimnaden s'cndt

g 1300°C
7 o Y R Yy 1 /1 -
g g1 = T & 7 8 8 30
s B Lo 8 ) g v
-] j 1.4
A\ [ S S | A NN
C
1.2
E A J J A _— A A ~ o —
7))
c A 10
% A JL A J . J\ N I\ .
— h BZT
l | | JCPDS file N0.06-0399
il 1 i 1 N
20 30 70 80

1 v 1
40 50 60
20 (degree)
73U 4.5 gﬂuuumﬂ%mLuuﬂm%’ﬁmn'hmnﬁ']ﬂn Ba(Zro,05.Tipgs)0s + (X)mol% CuO dla x = 0-2.0

wnBined o goumf 1300°C haamn 2 4ol Faednsnialiiaasen 5°chndt



1

909l 4.3-4.5 Lflugﬂu.uum'ﬂﬁmmwm%’eﬁmn*ﬁwmm‘mﬂn Ba(Zro.0s. Tio.05)03
+ (Omol% Cuo e x = 0-2.0 WBwaaSAigaumgR 1200-1300°C fiuaan 2 #alug
wudngsRniamuauaaslassiouueassasantnnesenalnd eusugmioya
W8T 06-0599 [20] uazann1smsamaybinumasaasinsnsinisiiin cuo
UBsnnuditins

anilazneasulasaiNganIABBUTIRN Ba(Zroos Tiogs)0s + (XIMal%  CuO
dax = 0-2.0 widunasfigomgR 1200-1300°C iwasn 2 Falug flHiAnuszney

AsAnunaITReassfnilsa )
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4.4 mmim'zwauTﬂ'seﬂ%ﬂeqamﬂwmms'lﬁn Ba(Zrgos, Tigg5)03 + (X)mol% CuO
W38N Ba(Zro s, Tioos)0s + (XImol% CuO isla x = 0-2.0 Lwﬁmmﬂ%ﬁqquﬁ
1200-1300°C fwaan 2 dlne ﬁqmsdwmwﬁwﬂﬁmqam‘sﬂﬁﬁLﬁﬂmﬂmmudm
N579 (SEM) Lﬁ@mwmu’fmw%wﬁgﬂmmmvzmﬁn wuﬁﬂungﬂs‘qwmmmﬁmﬁu
Aagyl 4.6-4.8
Wi518N Ba(Zrg s, Tio.gs)03 + (x)mol% CuO dla x = 0-2.0 mﬁ‘mm%ﬁqmmﬂ
1200 °c wiwamn 2 Fala

5U 4.6  nmdefiandneganasAiiuuaeInTaeeadafin BalZrges Thes)Os +  (Imol%  CuO
pnBuned o goungR 1200°C waan 2 falus Faudwaniatinansten 5°cundt Tned
Mx=0 Wx=10 Mx=12 @)x=14u8zI)x=20



198N Ba(Zroos, Tiges)0s + (x)mol% CuO Li'iﬂx = 0-2.0 Lm"’a‘utmﬂ%ﬁqquﬁ
1250°C ifiaan 2 2l

5U 4.7 amdrediandasgansamiluudeinsanedssifin Bo(Zres Tiees)0s +  (XImoi%  Cu0
wiBned o geumgf 1250°C iuaan 2 §9Tae Faedasinastinanadeu 5°chnd Touft
Mx=0 Wx=10 Mx=12 Q) x=14uas(q) x=20



1518 Ba(Zroes:Tipgs)0s + (x)mol% CuO dla x = 0-2.0 Lm‘Bmmﬂ‘fﬁfqquﬂ
1300°C ifiwiaan 2 Falwus

51 4.8 nwdedcendasqansamiuuudeinsnneedisfin Ba(Zres Toes)0s + (XImoal%  CuO
wBuaed o goimgf 1300°C fiwiaan 2 Falue Faednsnnstitaanaden 5°candt Toei
Mx=0 @Wx=10 Mx=12 Q) x=14u8s Q) x=20
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gy 4.6-4.8 wudndegamgitunsundusedgadminbimnansusioes
98N Ba(Zrgos, Tings)0s +  (X)mol%  CuO ﬂ'ﬁl%ﬂﬂ?ﬂiﬂ%ﬁlﬁﬂﬁﬂﬂ waztilayBanos Cuo
g liAaiiuns W Asuiasmnasesnsusanin wiflwiudnieudanauwinga
1a9insHIaNTsfin Fudndedin cuo ashuwsnfin BZT wsAnfiasuuinianantu
uiislauBnm cuo snnFusziunile mawininrsaTsRinazBNanaY LAAIINLISNI
Cu0 Amsnzamdmiiavindidtasyinigsnfin BZT faruudidasnniign Seiannsinun

AUV UMY ANG Ba(Zro0s:Tiogs)05 + (X)mol% CuO siafil

4.5 ATNNUILEUTDITSIRN Ba(Zroes, Tio.es)05 + (X)mol% CuO

W9 AN Ba(Zrg s Tiogs)0s + (X)mol%  CuO dax = 0-20 wBwead v
qoumgR 1200-1300°C liuiomn 2 Halag uwinniaasaum AN A WiNdaEAEa SR
SRS URT A DIVNAN AT HMLIRATHENNNST (3.3)

19980 BA(Zr o5, Tios)05 + ()mol% CuO iile x = 0-2.0 wBuines o goumgd

1200°C AA1ANEMHIUHNAMNAINITN 4.1 uazAsgl 4.9

AT519 4.1 AHNHILUNEBIESINN Ba(Zro0s. Tiogs)0s + (x)mol% CuO Lﬁlﬂ X = 0-2.0 t"
Bumed o1 goamgf 1200°C wuamn 2 e

Ba(Zro.05, Tioos)05 + (X)Mol% Cu0, 1200°C
[ 3
X ATHNHILKYE (gfcm’)
0 464+ 0.17
1.0 4.67 + 0.56
- 1.2 4.84 1 0.71
1.4 4.91+0.79
2.0 5.09 + 0.80




.
o

-k density, 1200°C

» o
o (¢,
] " 1 "

o
)]
P

o
2
>

Density (glcms)

B
(=)

00 05 10 15 20
CuO additive (mol%)

Y 4.9 ATHVIHIUNWYBNETIRAN Ba(Zry 05, Tig.95)05 + (X)Mol% CuO WBueRT b gl 1200°C fiu

s 2 Falue

190N Ba(Zroos Tiogs)05 + (x)mol% CuO dla x = 0-2.0 wWBmnes o HUNYH

1250°C fAATNMIUHNRINAIATSNY 4.2 uAEAgU 4.9

1919 4.2 ATHIHILUNBIEIVRN Ba(Zrg 05, Tioes)05 + (X)mol% CuO e x = 0-2.0 1A
Bumed o goamgil 1250°C tiuaan 2 Falus

Ba(Zrg.05, Tio.es)05 + (X)Moi% CuO, 1250°C
[l 3

X ATTHAHILUK (g/cm)
0 5.05+0.22

1.0 5.16 + 0.68

1.2 5.22 + 0.69

1.4 5.36 + 0.76

2.0 5.57 £ 0.30
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N
o

--4k-- density, 1250°C

*®
n
L

»
o
1.

[,
(=]
i
—_
———

»
o
1

Density (g/cm®)
-
-
>—<
b—

P

»
(=)

00 05 10 15 20
CuO additive (mol%)

U 4.10 AATHVHIWNNEBNTTIRN BalZrg o5, Tioes)05 + (XIMol% CuO wdumad o gomgR 1250°C

daan 2 Falws

t8978n Ba(Zrg,gs,Tio.95)05 + (x)mol% CuO e x = 0-2.0 W BwaDS D AUNYRA

1300°C HAMAIHIUILUNAINAINNT 4.3 uazaagU 4.10

R1519 4.3 ATTHIHUBIMIBINTIIAN BA(ZM 05 Tiogs)Os + (X)IMol% CuO 1l x = 0-2.0 11
Bumes o1 gomgf 1300°C Hwiaan 2 dalue

Ba(Zrg.0s Tlo.gs)05 + (x)mol% CuO, 1300°C
2 3
X ATTHUHILLN (g/cm )
0 5.41 * 0.25
1.0 5.29 + 0.51
1.2 5.36 + 0.04
14 5.35 % 0.12
2.0 4.94 % 0.31
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My
o

--4k-- density, 1300°C
6.5
E eo.
o 6.0 -
O
“~ B 5
51 A l A-A
E 1 -...__
& 5.0 J i
c J
<))
0 4.5-
4.0 : '

00 05 10 15 20
CuO additive (mol%)

gu 411 anuvwiNIBNTIIRn Bc:(Zro‘(,E,,T'io_gs)o3 + (Omol% Cul WEWnes o gemgR 1300°C

daan 2 Flws

derinAaamnusineesms1fin BalZres Tiges)Os + (Imol% CuO e x = 0-2.0
wndeed ol aeungf 1200-1300°C iaan 2 Falas unBawsonazfidmunneg 4.4

wazhivgL 4.12

1919 4.4 ﬂ')’m‘lﬂu%tﬂuﬂ’ﬂ\u’{f‘i”lﬁﬂ BG(Zr0.05,Tio_g5)03 + (x)mol% CuO ij'ﬂ X = 0-2.0 N1
Bumed o gomnf 1200-1300°C ifiuiaan 2 Fale

Ba(Zry o5, Tig.e5)03 + (x)mol% CuO
ATNIRLN (g/emD) iilaBunad s gemind
U3N0 X — s ——

1200 C 1250 C 1300 C
0] 464+ 0.17 5.05 + 0.22 5.41+ 0.25
1.0 4,67 £ 0.56 5.16 £ 0.68 5.29 + 0.51
1.2 4.84 £0.71 5.22 + 0.69 5.36 + 0.04
1.4 491%0.79 5.36 + 0.76 5.35 + 0.12
2.0 5.09 £ 0.80 5.57 + 0.30 4.94 % 0.31
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7.0
--Ac- density, 1200°C
.5 . - Ak-- density, 1260°C
— 5+ -4 density, 1300°C
£ 60
o 6.0
o .|
<’ 55.- l .............................
-g 5 0_ + _____________________________ - '.'—.‘_.__._:.\.'-’-‘&,':
© | A A
0 4.5- 1
4.0 ¥ '

00 05 10 15 20
CuO additive (mol%)

5u 412 ATMNNHUUNIBNLETIAN Ba(Zrg o5, Tipes)05 + (X)mol% CuO dla x = 0-2.0 wWBWABS
fomR 1200-1300°C wiiiomn 2 Falie

ndagannILHNIBNTIIAN Ba(Zro s Tiogs)0s + (X)mol% CuO dlouysn
x = 0-2.0 (W1Buaed o4 gamg 1200-1300°C iuiaan 2 #alse wudmedehivin cuo
590N Ba(Zro.0s Tio.os) O ﬁﬁﬂqqﬁumquqmuqﬂ%utmﬂé dladis cuo aelesnfin wuda
195980 Ba(Zr.05.Tiges)05 + (X)mol%  CuO FnnBmns ol foungil 1200 waY 1250°C

) N 4 < oy ! = A
pamm R uiaysanonaaiia cuo geiu wiiesnfinfiduned o grangd

1200°C  fpamunuduendign a19iasnnangun) il iun1awn Suesddalifawe

R91504EAN Ba(Zrogs,Tioes)0s + (OMol% CuO FitnBuimad o fomngR 1250 i
1300°C lawiin cuo TuuSsnnutanay 1.0 uaz 1.2 TaeTus 5980 Ba(Zrogs Tioes)Os +
(xmol% CuO FhmBuimes o goumgR 1250°C  Hanarmmwuiifiauwihduiganfin
WentuflBuned o gomgR 1300°C uanfladn cuo inBnadeusy 1.4 Tnslua
wudnETRndimn o4 gomgf 1250 fu 1300°C HenAasu ity uazflantaiiy
cwo  TmuBangesas 2.0 Tnalua 19180 BaZroos Tioes)Os WWABWIADS o gaungR

1250°C fARNMIUNNGIgR
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46 wan1sAnuAAlaBIRNYEn uazntsgayidmiasenaadeunaladiin
Vi3N2291Y518N Ba(Zro 05, Tioes)05 + (x)mol% CuO

WNEIRN Ba(Zrpos Tines)0s +  (x)mol%  CuO dlax = 0-2.0 wiBuees o
foungdl 1200-1300°C ifiuiaan 20 #alue anfiRasiaamrRnisestinatiliszuy
HopnszanuNsEiUed 200, 400, 600, 800 wag 1000 auady &reuazauliuie
wmmmtﬁumuquénwu,a:m'lwm'amwiqs‘lﬂﬁﬁ’ﬂuﬁq anihyindadianninidu
siluSaAanag i uaznragayeitiasennaamseuneladiinndn Dielectric loss)
TneanndTunasdn 1 kHz o gomgfivias ikihnssmanmndeeiiladiinnEnas
ANNTT (3.4)

NanNsRsIeRBLANANT AR nVEn wazAdnagaudeiiasennaewiewnalad
\AN3n2a0 858N Ba(Zroos Tioos)0s + (X)mol%  CuO dlax = 0-2.0 wBwnes w

goumgh 1200°C iiuamn 2 dalae iudamans 4.5 uazdanamlugy 4.13

A998 45 FaefiledBidniian (8) uwazdinisgdeiilasananusawnnslaBidnndn
(tand) ¥BIHIINN Ba(Zrg s, Tio.gs)0s + (x)mol% CuO dla x = 0-2.0 wnBu
e o1 geugR 1200°C Whiamn 2 Fale Faftann 1 kkz o goumgiies

Ba(Zro.s, Tiogs)0s + (X)mol% Cu0, 1200°C
X g tand
0 1556 0.25
1.0 2288 0.10
1.2 2458 0:16
14 2563 0.16
2.0 2776 0.1
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s=11.0
- 3000 -~ dielectric constant 1 kHz, 1200°C
c --%-- dielectric loss * i
8 27004 @000 o |os
: L
o * 0.6 2
h 2400 - o - o
O Pl L E
= 04 %
..6 2100 - yd R o
2 1 < / * 0.2 :i_-,
D 1800+ T o KT + +F 0O
= 0.0

1500 * T y T y T
0. 2.0

0 05 10 15
CuO additive (mol%)
su 4.13 rnpafiladiAnyian (e u,a::fi'm'l‘sqiyLﬁmﬁmmnmﬂu%ﬂumﬂmﬁm‘nw%n (tand) ABNLEeIRN

Ba(Zrogs. Tipes)05 + (X)mol% CuO dla x = 0-2.0 wWBwaas o f0mH 1200°C \fiwamn
2 Falas Fafimandl 1 kHz o goumgfivies

1AW 4.5 LL@:ﬂi’leugu 4.15 WUINHSIH7 Ba(Zrg o5, Tio.05)05 + (X)mol% CuO
e x = 0-2.0 wiBwmed o goumgR 1200°C e 2 Falwe Sofiaanad 1 kHz o4
feungiviag wudndaefilaBidnyanifintn Wefiniaifin cuo  wazidertunm cuo
Wsdusnaail lndidnnanfigeiudiag a1n 1556-2776 uaziiieiiis cuo  vialiidnns
qudasasmnaudaumdadidndnienesfniildanas ayhite 0.25-0.10 usif

SR lmnsaEne s TTg e e

dd——v Y
AnfiRanladeanug
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NAN1NTITRELANRSTA (ABIE VAN wazAnnagayeifiasananuiauneind
B NVBNI09IIAN BA(Zroes Tinss)0s + ()Mol% Cu0 e x = 0-2.0 wdwuinnd
gomgR 1250°C ifimamn 2 Falie Tudemnang 4.6 uazdsnambugy 4.14

a5 4.6 AASTITABIENYEN () URZAINTTgRY @addasananuseunelndidnan
(tand) ¥aaEI8N BalZroos, Tiogs)0s + (x)mol% CuO dlax = 0-2.0 wnBu
w4 od goumnd 1250°C iiamn 2 Falie Saflaanndl 1 kHz o goumgivies

Ba(Zro.0s, Tioos)05 + (x)mol% Cu0, 1250°C

X £ tan®

0 1803 0.20

1.0 2439 0.01

1.2 2513 0,01

1.4 2605 0.01

2.0 2687 0.01

\W s —71.0
- --¥- dielectric constant 1 kHz, 1250°C
< --%-- dielectric loss 3
8 TN o — AT - % |08
g ] *’* ..... 8
o | >* 0.6 =2
o 2400 o
0 J = - n 4 E
" m— // 0 d
..3 2100 - . §
2 ] *ool 0.2 _d_,
D 1800{ K T L A
n """"""" gy == o= P o -y o 0
1500 S ——
0 2.0

.0 0.5 1.0 1.5
- CuO additive (mol%)

qu 4.14 AnpaiilaBiinvian (&) uazAnagadasineineansdemnelaBidinnan (and) vaaitsnfin
Ba(Zrg,05: Tio.g5)05 + (X)IMoi% CuO dla x = 0-2.0 wWBuwes o DRIV 1250°C \flwiamn
2 #las Anflmandl 1 kHz o goumgiivies
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FINNNTN 4.6 ua:ﬂ'iqwsfugﬂ 4.14 WUINGIIHN Ba(Zrg os, Tig.es5)05 + (X)mol% CuO
e x = 0-2.0 wnBuined o gomg 1250°C iwaan 2 dalie daflenad 1 kHz o
qomgfvies nudrasiilndlananidady Wafinnadin cuo  uanleuBaunm cuo
WAnBurnnsilaBidnniniigeiudiag aan 1805-2687 uaziilaifin cuo  vinliidans
qiyLﬁﬂLﬁmmﬂmw%ﬂumﬁmﬁxﬁﬂw%ﬂwmLﬁﬂﬁﬂﬁﬂﬂ"mﬂm anfliiin Cuo s i
farnmagadaiiawinanuseunaladidnman 0.20 uiiflefis cuo TuynuBunoinns
Wi Tﬁﬂ"}miqtytﬁﬂLﬂmmﬂmw%ﬂwqﬂﬂﬁLﬁﬂﬂ%ﬂmﬁmﬂﬂq 0.01 Bmunzanilay

L] i 2 5 ol 1 1 A o’
dsnuszend (o yaslaenndeetumammnhaasAniidenfudgil

1 o ! A ¥ o
HANNIASTARBUAIANIABLANYEN uazmmsqmLﬁmummnﬂmmﬂumﬁm
WWINBNYBsIAn Ba(Zrg s, Tioes)0s + (X)mol%  CuO dlax = 0-2.0 wWiBwned o

foungR 1300°C tiwiamn 2 dalin fiudanians 4.7 uazionsmbg 4.15

M50 4.7 Fpaiiladidnyian (8) uazdinsgadeiilasinansioumnlaBidnmin
(tand) BBILIINN Ba(Zrg.os, Tin.os)05 + (X)mol% CuO dla x = 0-2.0 wWaBw
wed o4 geunaf 1300°C iuaan 2 dalug Anfiaanad 1 kHz o4 goangRvies

Ba(Zro.os, Ti.05)05 + (x)Mol% Cu0, 1300°C

X g tan®
0 2270 0.27
1.0 2237 0.02
1.2 2405 0.03
1.4 1822 0.02
2.0 1820 0.17
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3000 - —1.0
- --J- dielectric constant 1 kHz, 1300°C
c 1 --%-- dielectric loss :
S8 2700+ 08
2 1 I (/)]
S 2400, 0.6 2
Q 2400 . * o
2 * 0.4 -:'-5
wied 21 00 - kY |
9 s o
_q-, 1 T \\ L 0 2 .2
_2 1 800 *--;_’-,./_'* | n
Q \\\\\\ e *.-.._* """"" _o.o

1500 r ¢ Y h : . : ' :

0.0 2.0

0.5 1.0 1.5
CuO additive (mol%)

qu 4.15 Anafladiinyian &) uazﬂ'ﬂmﬁqmtﬁﬂLﬂmmﬂmqu%ﬂumﬂmﬁLﬁﬂw‘%ﬂ (tand) ¥BALEIIRN
Ba(Zro.os: Tioes)05 + (X)Imol% CuO ifla x = 0-2.0 wWBuReS ™ IR Y 1300°C fiuaan
2 lag Fafiannatt 1 kHz o gomgRvies

MNN1TN 4.7 LLﬂtﬂiﬂWTu’g‘lJ 4.15 WU 18n Ba(Zrg s, Tio.05)03 + (X)mol% CuO

; a o o |
e x = 0-2.0 wiBwmad o gomgf 1300°C s 2 Falus Tafiaendl 1 kHz o
gomgRvias wudnrrefilndiinnandanliuviuen auiuazanatin Aasilad
\nvinagTudas 2405-1820 dwiduAnsgaiaiilasananadaumlnBidnninees

isfiniifdAnwiuauduii Ingfldna tudas 0.27-0.02 defladddgelsimanziiay

b A o/ ! A v =
mmﬂszqﬂoﬁmﬂutﬁﬂLﬁﬂﬁﬂummsqmLﬁmummﬂﬂqqus@uWﬂaTmﬂLﬁﬂw%ﬂmwﬁiq

a

Anflwn o4 goam 1250°C
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laihenadilnddinnin uadmsguieiiasinanuiamnlndldnvinees
115130 Ba(Zro.05 Tioes)O0s + (X)mol% CuO dla x = 0-2.0 WBwnas o NN 1200-
1300°C  nflaanndl 1 kHz o goamgRdins sideusanazddmnunsne 4.8 uazdogy
4.16-4.17

#1579 4.8 AATilnBLEnviEn (€, uﬂ:mm‘sqiyLﬁﬂLﬂmmﬂmw%ﬂumﬁmﬁLé"ﬂw‘%ﬂ
(tan®) UBESN Ba(Zroos Tines)0s + (XIMol% CuO e x = 0-2.0 W1Bw
imes o goangd 1200-1300°C ifiuiamn 2 Falwa Amflaoand 1 kHz o

BNRNDY
Ba(Zrp.os, Tio.05)03 + (x)mol% CuO
1200°C 1250°C 1300°C
U3uem x
€ tand g tand g tand
0 1556 0.25 1803 0.20 2270 0.27
1.0 2288 0.10 2439 0.01 2237 0.02
1.2 2458 0.16 2513 0.01 2405 0.03
1.4 2563 0.16 2605 0.01 1822 0.02
2.0 2776 0.1 2687 0.01 1820 0.17




Dielectric constant

g 4.16 AT [ABLARYENIBUYTIRN BAZro 06 Tio 05105 + (X)M0I% CuO §la % = 0-2.0 WBWADS 0
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3000
- 1200°C 1 kHz
-7 1250°C *
27004 - 1300°C "_:._:_,_.:_-_-: *
i >
2400 - /,,*‘,' :}f
*._" -/ , e "“/ ._‘..‘.
2100- e \
18001 e . d
1500 , ;
0. 2.0

o 05 10 15
CuO additive (mol%)

amnf 1200-1300°C ifiuaan 2 $lue Faftannd 1 kHz oo gomnfivias
N NG

qu 4.17 Amagayiduiiaseinanadaunalndifnvianuesesfin BaZres Tioes)Os + (XIMol% CuO
e x = 0-2.0 WBmes o1 omgA 1200-1300°C iffuaan 2 #alus Andtaondl 1 kHz o

founnivia

10 - 1200°C 1 kHz
—de- 1260°C
0 084 -¥-1300°C
/)]
(o)
= 0.6
&)
E i
[T} 0.4J
<
a5 s
" 0.2- *.. .~.“":~;~._
.......... S—n KoK
a Rt @ e
0.0' \\:L*::::*:::: oo -*
0.0 0.5 1.0 1.5 2.0

CuO additive (mol%)
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FINA19N 4.8 WazNTNINGY 4.16-4.17 Wudneendn BalZroes Tiogs)0s  +
(x)mol% CuO wile x = 0-2.0 wWBADS 7 gauNgR 1200-1300°C Fnftanani 1 kHz o4
gomgRiasiy yintiunmananasdnefiladidnnan uazdnsgadedasenao
Zaun e PBLRNY3NYB 5NN WLQT Ba(Zrgos Tioes)0s + (X)mol% CuO dla x = 0-2.0
wWBuned o gaangf 1200 uaz 1250°C fdrasiladidinmdndsdudetinsiin cuo
LtﬂzﬁiﬂﬂqvﬂmﬁLﬁﬂwfsﬂqﬁumuﬂ%mmmﬂﬁu cuo TnaAngegenin 2776 Faifiurns
W3RN Ba(Zrooss Tio.es)0s + 2.0 mol% CuO wnBwuinas o goungh 1200°C UAZIBIRINY
fanufiu 2687 Baiurens@in BalZros Tpes)0s + 2.0 mol% CuO HnBuees m
goangfl 1250°C  daman@niiBuaed o goumgf 1300°C shiilrllwinew uazdle
B w0 wnrnaefilndidnaniantiosndnanfindsaiuivnduees o gamgh
1200 uaz 1250°C 1ilaRansen ﬂ"lm‘squLﬁﬂLﬂmmnmqu%ﬂum\ffmﬁLﬁﬂﬂ%ﬂﬂmmﬁﬂ
fnUsenaufiag wudners8ln Ba(Zroes Tines)Os + 2.0 mol% Cul i1@winad o gomgl
1250°C fAies 0.01 mmzﬂuﬁﬁﬁﬂﬂﬁzqnwﬂﬁmu POUTIEGAN Ba(Zro o5 Tioos)Os +
2.0 mol% Cu0 WWBunad o gl 1200°C il 0.11 Bafurrgalimanzaniaziinm
Uszgnatiem MailaeansasiuAraamuintaasinfidenladsafudfiiaa
ydgaa 2 dauly aaandasiuanAdadaumtiifidanummnweesrniings

FussyiniauTinne i@ nnanaidu [21-23]

4.7 mmsﬁﬂmﬁhm'muﬁeszﬁ'u'gammmu"‘mmm’wmmﬂﬂﬂ

BQ(Zr0_05,Tio_95)O3 + (X)mol% CuO
y#safin Be@mﬁmaoﬁwmommmmi

MR 1200-1300°C —1imaRa 2 19l wvinnstindiannssaensasiued 150, 240, —
360, 600, 800 uax 1000 e tidAwinGsu sy uasinundssuadueinmysfis
YA 6 Um, 3 im Uaz 1 um aRantihessdusniassiiunssan fuihduwemi
9 2u uasnagauAtALiuLLAnINGS Aoniademarauriaauivsziugania
wuuAnined wirsasnafi@liudnarsesnauazAanAAaLisuLUAnInaaaNENnIS
(3.5)

nafiliarnnisfadansanuisssfuqaniauuuininafaasigsafin
Ba(Zrg 05, Tio.e5)03 + (x)mol% CuO dla x = 0-2.0 WBwes ™ RIIVEEARY 1200°C wwinan
2 dlug fiudamnang 4.9 uazdansmlugy 4.18
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1579 4.9 ﬂ"]mquuﬁoszﬁuaammmuﬁﬂmﬂ%ﬂmmimn Ba(Zro,0s. Tio.e5)05 + (X)mol%
CuO 1ile x = 0-2.0 BnBunes o gomgR 1200°C huarn 2 Falie

Ba(Zro.05, Tiogs)05 + (x)mol% CuO, 1200°C
X Araaudsuuuininas (GPa)
0 2.47 + 0.04
1.0 4651014
1.2 4,87 +0.09
1.4 5.441 0.19
2.0 7.14 1+ 0.21
o 12 - =
1] -4 Vickers hardness, 1200°C
o
© 10
(7))
o
8
5 ®
e
@ 6 .
o o
[ 4
; , *
0.0 0.5 1.0 1.5 2.0

CuO additive (mol%)

JU 4.18 ﬂ"]ﬂq'mLLﬁﬁxoﬁ'uqamﬂLmuﬁnmﬂ%ﬂmwﬁﬁﬂn Ba(Zro,0s: Tiogs)05 + (X)Mol% CuQ W Bwmad
o omgR 1200°C fiuiamn 2 Falae

f«vqﬂﬂ‘sﬁWTugﬂ 4.18 UALINAITN 4.9 @ztﬁudnﬁhmquLLﬁﬁzﬁuqﬂmmmuﬁﬂ
1NB5ABILIIAN Ba(Zrg 05, Tioes)Os + (X)mol% CuO e x = 0-2.0 LBues ™ IR

1200°C iiuiaan 2 Falue Wudnsfin Ba(Zre.os Tioes)0s HAMANUTIsEALaNIAKLL
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Aninadainann e 2.47 GPa usiiilaida cuo aalu vinlidnaruudeszduqaniauuuin
inafrnarAniifdndfindu Serenndastusanamnwiasesniin Weidin Cuo a9
Ty Wisnfndanuuwiugingeii fv'ﬁﬁﬁhmmuﬁ\‘i‘szﬁ’uqﬂmmLmuﬁﬂmﬂ%qﬁyu Wl
atinelsRiauANA LT RUAMN 581N Ba(Zr o5, Tioes)0s + (XIMol% CuO ifla x

- 0-2.0 WNBNDS 04 grMgR 1200°C faflsina

A 1 o/ 1 [ o o
nafildannisfadtacinuisssduqaniauuuininedeeinsifn
Ba(Zr.05,Tin0s)05 + ()mMol% CuO 18 x = 0-2.0 wdmeed o4 gomgd 1250°C uam

2 Falus 1fufannang 4.10 uazdansmlugy 419

M99 4.10 AANULENSZALANIALLLANNBSYBULTIRN Ba(Zro0s. Tiaes)Os + (X)Mol%
cuo e x = 0-2.0 wBwaes m gamgf 1250°C ihaomn 2 dalie

Ba(Zro 05, Tlo.5)05 + (X)mol% Cu0, 1250°C
X Arasndauuuininad (GPa)
0 4.68 + 0.08
1.0 6.45 + 0.11
1.2 7.38 +0.39
1.4 8.19+ 04
2.0 9.26 £ 0.7
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© --@ - Vickers hardness, 1250°C
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gu 4.19 FrAnudeszAlgANIALLANNASIBIYIIN Ba(ZrgpsTiges)Os + (XIMol% CuO wnBruinad
o feangR 1250°C iffiamn 2 dalag

anngmugy 4.19 uaraINAMTN 4.10 anfinindaaulivazdiuganiawLAn
WNBSBEIIRN Ba(Zre s, Tings)03 + (X)IMol% CuO e x = 0-2.0 W Bwmes o N
1250°C iffiaan 2 Al ﬂﬂ"lmquw’n"mﬂdwmmmﬁmﬁmﬁ’utf}ﬂLwﬁ‘mm%ﬁqmmqﬂ
1200°c hyndanlzrasniaiia Cuo uazFnannsudoft fdafldngegmsladn cuo T

135794 2.0 mol% FEARRBIAUATAININHILHKADIIINN
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A% @ as ' [ as o
wafilfarnnisiartasrnudsszduganitnuuuininadencigsnin
BA(Zro.05,Tio 05105 + (X)M0l% CuO il x = 0-2.0 wWBwmad o1 goimgl 1300°C iuaan
2 dalug iiiudameng 4.11 uazsisnsmlugy 4.20

#1979 4.11 ArAeudeseiuganIAuULANNesaLaRn Ba(Zroes Tioes)Os + (X)mol%
cuo ifle x = 0-2.0 WBwAeS o gaangR 1300°C waan 2 Falae

Ba(Zro.05, Tio.e5)03 + (X)mol% CuO, 1300°C
x Armndouuuintnas (GPa)
0 6.18 £ 0.13
1.0 7.41 1 0.44
1.2 8.36 + 0.89
1.4 8.22 £0.28
2.0 572+ 0.29
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© - @-- Vickers hardness, 1300°C
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CuO additive (mol%)

51 4.20 FrranaudeszALqaNARILANINE IR RN Ba(Zro05 Tiogs)Os + (XIMal% CuO wnfiaed
o goumf 1300°C ihiamn 2 dal
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anns gy 4.20 uazanms 4.1 asdiwdrAraraudeasduqaniann
1NB5e09ESIAN Ba(Zrg gs Tio.gs)0s + (X)mol% CuO e x = 0-2.0 B oY
1200-1300 °C ifiuaan 2 Fatue wudn dladelaiifis Cud WA Ba(Zrs Tines)Os HAN
m'mLLﬁaqaﬂfmmL'm'lﬂﬂLﬁmﬁ’mﬁmm‘ﬁmm%ﬁqquﬂ 1200°C uag 1250°C usile
i Cuo TuiBanos 1.0 uaz 1.2 mol% wurjflmﬂum'mLLﬁaLmu’f“mmﬂ%ﬂmmmﬁﬂqﬁu
douBanm cuo s 1.4 sy 2.0 mol%  ArmrsuduurAninesasswsnlnnduanas

vtlrasrdaetuAmnineaarsdn udeulunfenii

tﬁ'ﬂﬁqﬁhﬂmuuﬁq'i:ﬁuqﬂnqﬂuuuﬁmﬂfa%ﬂﬂwmﬂﬁﬂ Ba(Zroos,Tiogs)0s  +
- (mol% CuO e x = 0-2.0 wWBWIAES T grungR 1200-1300°C uiamn 2 Falus an

\BeusanasflAmnuning 4.12 uazAvgY 4.21

@99 4.12 AnpniudessiuganIakULAnnaduaanaafin BalZo s, Tioes)Os + (X)mol%
Cu0 e x = 0-2.0 WBme% o gaungR 1200-1300°C iwiaan 2 Fala

Ba(Zro.05, Tip.5)05 + (x)mol% CuO
Armmniauuuinined (GPa) iiladuinas m gamgh
Uano x - z 5
1200 C 1250 C 1300 C
0 2471 0.04 4.68 £ 0.08 6.18 £ 0.13
1.0 4651 0.14 6.45 £ 0.11 7.411£0.44
1.2 4.871£0.09 7.38 £ 0.39 8.36 £ 0.89
T4 544%019 819t 04 8.221028
20 7.141£0.21 9.26 £ 0.7 5.72£0.29
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— 12 . -
© .- @ Vickers hardness, 1200°C
o -4 Vickers hardness, 1250°C
M 10 - @ Vickers hardness, 1300°C
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31 4.21 AnALdesEAUANIALULANINASUBITTTEN Ba(Zro 05, Tioes)0s + (OMOI% CuO WN1BMINES
o4 geungfl 1200-1300°C iiniann 2 Fal

mﬂﬂiquu;sU 4.21 UATINANTN 4.12 uamsdranuivaziuqanawuLAning$
#BIYETIHNABIDBIINN Ba(Zro0s. Tinos)05 + (X)Imol% CuO dlaulsdn x = 0-2.0 WnBw
a4 o goungR 1200-1300°C  ifiwiaan 2 #alag wudufladslimin cuo  Armrmude
LAUFANIALLLANINEFUBATTIRN Ba(Zro s, Tioes)03 a‘i‘lﬁqqﬁumnqmmﬂﬁumﬂ% sla

Win Cu0 RelEaRn WUdNE5I8N Ba(Zrg.os Tioes)Os + (X)mol% Cul TinBrunad o

goamgfl 1200 uay 1250°C fanuudssziuqanauuuinnedfisdudeyiuamnisiu

CuO guan usmanfindidnes ol gamgR 1200°C fanmuieariuqaniauunAning$im
fign aaadasnterngungdlunisiwduinefdaliifoana Re1smiesfin
Ba(Zrg 05, Tio.05)03 + (x)mol% CuO ANBIADS N 1250 fiu 1300°C ladis cuo
WBunme 1.0 mol% WudnwsIRn Ba(Zryes Tioes)Os + (X)Mol% CuO MHBIADS D
goungf 1250°C ﬁﬂ'flm'muﬁﬁ:ﬁuqammmuﬁﬂmﬂﬂﬂﬁlﬁmﬁuw‘mﬂmﬁmﬁuﬁtm‘ﬁ'u
wes o gomg 1300°C FMILWINRN BalZro s, Tios)0s + (x)mol% CuO TwBuined o4
goimgd 1250°C frraruuivssiqaniauuAninafiiaduanssananisiiia cuo
A9 RN Ba(Zrg os, Tiogs)05 + (X)mol% CuO A Bunnd o YR 1300°C fAnAany

wivsziuqanmanuuininashiuien Tneiilaimnusnim cuo Tuusunm 1.0 uar 1.2
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mol% ﬁhmquuﬁa‘szﬁu%mmtnuﬁﬂLﬂﬂ’i‘ﬂmwsqﬂmﬁuﬁvu weilein cuo iiuBane
14 uaz 2.0 mol%  vialiarmaudssauqaniauuuininedeasrslnanas yiaitsl
waTsisdafutuatammuinrasssdnddanlofendu Feduigadn an
Ba(Zry.05. Tioe5)05 + 2.0 mol% CuO MnBunad o fomgH 1250°C fiAnAanuissesu

ANAULLANINDIGIFA
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A A 1 1
wBsnaslamue nnueiwtanlnedtinfenaanmans Sanlafimunzanluinisedes

KRN BO(Zro 05, Tio 0)0s WaAIEENImanAN BZT TnalgamgRTunmsinuasmi 1000°C

Wwaan 3 99l
A o P . o 0
$lavsenAn CUO 1FNAITURINAN BaZroes Ties)Os nsildndausnuauluaiiiu

#1988 BalZro 06, Tioss)05 + (Omol% Cu0 1ila x = 0-2.0 Tuguazisnduned o gomgf

1200, 1250 ua 1300°C iiam 2 Falue ssnsnaquliised

1.

98N Ba(Zrogs, Tiogs)0s + (x)mol% CuO dla x = 0-2.0 Lm‘Bum'ﬂ%ﬁqmmqﬂ
1200-1300°C fimiaan 2 FaTus wudnesfinimsausaslrsesdrauuens
sassndnmasevalndd itsudugiuiioyanuiuiaa 06-0399 wazaINNIs
nsnaseubinumsaadlssniinmada cuo Tussnosiiiey
wudq‘[ﬂiqﬂ%mﬂmmmmqﬂﬂ Ba(Zro.os, Tio.gs)05 + (X)mol% CuO VzﬂlfiﬂuTﬂ
apsnsuladnssanluanes BT uazyngomgiduees funarsunaulng
ﬁ”ul.ﬁﬂﬁﬂﬂLﬁﬂﬂﬂ&ﬁﬂﬂﬁﬂlﬂﬂ%ﬁﬁﬁu Tnefigoungfauineg 1250°C  wudn
FunizmpanaufinaubinnndifligamgRBune sty

ATTHNHIUKHIBIESIANIT518HN Ba(Zroos: Tioes)0s + (X)mol% CuQ A

s AigalFuiirenfin 155990 Ba(Zroes.Tioes)Os + 2.0mol% Cu0 11

Fuens o gongll 1250°C SB9RINTABESIRN Ba(Zrgos, Tio.os)0s + 1.4mol%
Cu0 wBumas o gomnfifienti uasrs 8N Ba(Zroes, Tioes)Os + 1.2mol%
CuO wnBuinad o4 goangR 1300°C

AR BENYBNYBNLTIRN Ba(Zre s Tioes)0s + (IMal% CuO TrarnAsi(AB
nvian wazAnnagydsaasaunaladidinydn dafiaanadl 1 kHz uasdn
ﬁqmﬂqﬂﬁm WUTNEIIRN Ba(Zrg05 Tioes)0s + 2.0mol% CuO WIBumad o
gomgf 1250°C flerasitlaBifinnan 2687 uazlAnmagadeiasenany

Saunnaladidnnaniiee 0.01 Tuaosflirsniin Ba(Zro.0s, Tio.05)03 + 2.0mol%
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Cu0 wBunad o gamgd 1200°C frrasiilaBidnvdngegqn 2776 usisldn
nnagaydaiitassinanaseunslagiinnin 0.11 FavinTianandinn o
gomgf 1250°C wisnzanfinzsimmiszgndlimumadnedagaBifnnan
5. AAIBINAIBNTINAN Ba(Zroes Tioes)Os + (XImol% CuO TuenAdaldanaony
LL‘fNTu‘i:ﬁUﬁiﬂﬂ"IﬂLL‘LI‘lﬁﬂLﬂﬂ‘E Fawuinagsnfin Ba(Zro.os,Tioes)05 + 2.0mol%
Cu0 wBwimed os goanndl 1250°C fepaude 9.26 GPa Barurnaaa
uflsigogn
TasnwaonamnsndandaulamanzanTunnsieseanssi@in Ba(Zroes Tioss)Os
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Reducing calicination temperature for synthesis Ba(Zry 45Tig ¢5)05 powders

*

THWHY 'Ji"l\‘lﬂmﬂgﬂm
Chompoonuch Wc1rc1ngkc1nc1gool1“'2
unAnta

hsnideilnulnsiadrona uaslaasntneqanimaesaniin Ba(zr0.05Ti0.95)03 wiai3under 4
BZT Wadumansiaetifndasnleduuiadin Weudunaduassifeitindenasuman Tngnisuds
gomgatuntamuna et o goungR 600-1100 asraaidad wm 3 Halus asaeseulnsesiramakion
weflansideaineesisfiond (XRD) wudigoumRfiwnzaudmsunisuues liiviWawndn Bz #
FapsneAlnedsfndaanleduvudada An o gamgf 1100 ssrigades uasfdunsflngitinge
naBNMAIAB 800 DarTABus MsFasainendn BZT MaedTinRenasnmarangamifinaimuaale
T8 300 avrraidud asnarsulrsssireqrnindaenfasqanssmiBifnasanuuuasinain (SEM) ilim

4 ' P & aa b o o,
mavasaynIARAESINNINEtY SEM wudiaumatesnekdn BZT fwduninaanddtiu ddnunzdudanii

d ey PR\
fiundufion mneeyniaminsasen®n BZT ALignivaassitiowa 0.27 ulasuwns

-

- i \ L
Mdd:  neduasaed aandn BZT AfinRenasimas A3indeanladuuunaiia

Abstract

in this research, the phase structure and microstructure of Ba(Zr0.05Ti0.95)03 or BZT powders
synthesized by conventional mixed oxide method compared with molten salt methods were investigated. These
powders were calcined at different temperatures from 600 to 1100 oC for 3h. The phase structure was
examined by x-ray diffraction (XRD). It was found that, the optimum calcination temperature of BZT powders
synthesis by conventional mixed oxide method and molten salt were found to be 1100 and 800 oC, respectively.

The BZT powders were synthesized by molten salt method to reduce the calcination temperature by up to 300

oC. The microstructure was determined by scanning electron microscopy (SEM) and determined the average

particles size from SEM micrographs. The results showed that the morphology of calcined BZT powders with

both methods are agglomerated and average particles size was about 0.27 Om.

Keywords: synthesis, BZT powders, molten salt method, conventional mixed oxide
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Abstract. In this research, the Ba(Zro.05Tio.95)O3 powders were prepared by molten salt method. The
powders were calcined at 600-1100°C for 3 h with heating rate of 5°C/min. The BZT powders were
synthesized by molten salt method to reduce the calcination temperature by up to 300°C. The
sintering procedure was carried out at 1250°C for 2 h with a heating/cooling rate of 5°C/min. Phase
formation and microstructure were examined by XRD and SEM, respectively. The influence of the
CuO additive on density and dielectric properties were investigated. The density of the sintered
samples was measured by Archimedes method with distilled water as the fluid medium, Dielecttic
properties were examined by LCR meter. The BZT+2.0 mol% CuO ceramic sintered at 1250°C
showed the highest density of 5.76 g/cm’, and the room temperature dielectric constant and
dielectric loss at 1 kHz were 2687 and 0.01, respectively.

Introduction

Ba(ZrTi1-x)0s or BZT solid solution has attracted considerable attention for its special
characteristics. Through modifying the Ti*/Zt*" ratio of the BZT material, it has been shown that
piezoelectricity, dielectric relaxation and tunability can be developed with specific zirconium
content, resulting in a wide use for various device applications, such as piezoelectric transducers,
tunable microwave devices, dynamic random access memories, and so on {1-4]. However, the
homogeneous and densification of microstructure is quite difficult to obtain in the BZT ceramics
and the sintering temperature must be as high as 1400-1500°C. These disadvantages severely limit
their applications [5-9].

In this work, CuO was used as an additive in BZT ceramics system to improve the density and
dielectric properties. BZT in formula Ba(Zro.0sTi095)O;3 has excellent piezoelectric performance [10]
and relatively high Curie temperature, it was therefore chosen as the matrix material. The molten
salt method was used to prepare the BZT powder because of its high reaction rate and lower

TeAction temperature, and it cam improve the degree of homogeneous {H}Theeffects of CvO————
additive content on the microstructure and dielectric properties of the ceramics prepared by molten

salt method were systematically investigated.

Experimental

Ba(Zro.0sTioss)O3 or BZT powders were prepared by the molten salt method. Fig.1(a) showed
mixture powders preparation. The starting raw materials of BaCOs (~99.0%), Z1O: (~99.0%), and
TiO2 (~99.0%) were mixed in ethanol medium for 24 h. The slurry was dried and ground into
powders. Fig. 1(b) showed mixture salt preparation, the raw materials of NaCl (~99.5%) and KCl
(~99.0%) in a molar ratio of 1:1 mixed by hand-grinding for 20 min. The mixture powders and
mixture salts were mixed by hand-grinding at a 1:1 weight ratio and calcined at 600-1100°C for 3 h
with heating rate of 5°C/min. The product was washed with distilled water many times. The
remaining salt was washed with hot de-ionized water until no free chloride ions were detected by
silver nitrate solution. X-ray diffraction analysis of the powders was performed using a

Al rights reserved. No part of contents of this paper may be reproduced or transmitted In any form or by any means without the written permission of Trans
Tech Publications Ltd, www.scientific.net. (#535708808-19/02/20,07:32:44)
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diffractrometer with Cu Ka for finding the optimum temperature for calcination powders in this
research. The calcined powders of the BZT and x mol% CuO withx = 0, 1.0, 1.2, 1.4 and 2.0 were
ball milled with 1% PVA in ethanol for 12 h using the same method as mentioned earlier. The
slurry was dried, sieved and pressed into a disc shape and sintered at 1250°C for 2 h with heating
rate of 5°C/min (Fig. 1(c)). The sintered pellets were checked for phase formation by X-ray
diffraction. The microstructure was examined by scanning electron microscopy. Bulk densities of
the sintered ceramics were measured by the Archimedes method with distilled water as the fluid
mediom. Silver electrodes were fired on the top and bottom surfaces of the samples for subsequent
measurement of dielectric properties. Dielectric properties at 1 kHz frequency were measured at
room temperature by an LCR meter.

*BACO)+ 201+ 110

Hand grinding for 20 min

®)

sn un o= o

Fig. 1 Illustration of synthesizing process for BZT ceramics with x mol% of CuO

Results and Discussion

Fig. 2 shows XRD patterns of non-calcined and calcined BZT powders with calcination
temperatures from 600-1100°C for 3 h with heating rate of 5°C/min. Precursor material phases were
observed at calcinations temperature below 700°C compared with the XRD pattern of non-calcined
BZT powder. The XRD patterns of calcined powders showed pure phase from 800°C on. This data
is in agreement with the report by Liang ef al. [10] in which the BZT powders were calcined at
1250°C. In this research, the BZT powders synthesized by molten salt method can reduce the
calcination temperature by up to 450°C.
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Fig. 3 XRD patterns of BZT+x mo!% CuO ceramics sintered at 1250°C for 2 h

Fig. 3 shows XRD patterns of the pure BZT and BZT+x mol% CuO ceramics sintered at 1250°C.
The XRD data in this stady were compared with BaTiOs phase (Joint Committee on Powder
Diffraction Standard (JCPDS) data file number 06-0399 [12]) because the Ba(Zro.05Ti0.95)Os3 in this
research has only a small amount of Zr. It can be seen that the single-phase perovskite structure of
Ba(Zr0.05Ti005)03 was found for all samples. No trace of the CuO phase was detected. The amount
of Cu0 in the compounds may be too small to be detected by the XRD [4, 13-14].



83

118 Microscopy in the Field of Materials Research Ii

Fig. 4 SEM surface photographs of BZT+x mol% CuO ceramics sintered at 1250°C for 2 h,
with x: (a) 0, (b) 1.0, (¢) 1.2, (d) 1.4 and (e) 2.0 mol%

Fig. 4 shows the SEM surface micrographs of the BZT+x mol% CuO ceramics (x =0, 1.0, 1.2,
1.4 and 2.0) sintered at 1250°C for 2 h. It was found that the microstructures of the pure BZT
ceramic showed a porous surface morphology as shown in Fig.(a). The porosity decreased with
increasing CuO additive content and the microstructure of the ceramics becomes denser (Fig. 4 (b),
(), (d) and (e)) and their grain morphologies are more homogeneous. CuQ, as an additive, may
result in liquid phase sintering in ceramics, thereby significantly promoting the densification and

Jowering the sintering temperature. This result agrees well with the studies of BiosNaosTiOs
(Bi12Nay2)Ti03-BaTiO3-(Ko.sNag s)NbO3;, (NaosKos)NbOs, (K,Na,Li)NbOs, 0.95(Nao.sKo.5)NbO;3-

———————————0:05BaTiO3;-where-the-incresed-density-and-lowering—the-sintering—temperature—were-also—found

when CuO content increased [14-19].

Fig. 5. shows the density of BZT+x mol% CuO ceramics sintered at 1250°C. The density of the
BZT+x mol% CuO ceramics were plotted as a function of CuO addive content. The density of
BZT+x mol% CuO sintered at 1250°C were increased with amount of CuO additive doping [20-21].
The highest density was found in the BZT+2.0 mol% CuO ceramic was 5.76 g/cm®, which
corresponds well to the SEM results (Fig. 4 (e)) in which a highly dense grain-packing was
observed.
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Fig. 5 Density of BZT+x mol% CuO ceramics sintered at 1250°C

The dielectric constant and dielectric loss of the BZT+x mol% CuO ceramics sintered at 1250 °C
measured at a frequency of | kHz, room temperature, were studied as shown in Table I and Fig. 6.
The optimum dielectric properties were found in BZT+2.0 mol% with the highest dielectric
constant and low dielectric loss of 2687 and 0.01, respectively. This could be attributed to a higher
density and lower porosity of ceramics sintered at this sintering temperature. It can be noted that the
dielectric results at the room temperature corresponded well with the density results. Generally,
higher density samples give rise to improved dielectric properties [22-24].
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Fig. 6 Plots of dielectric constant and dielectric loss as a function of CuO additives of BZT+x mol%
CuO ceramics measured at 1 kHz and room temperature
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Table 1 Density and dielectric properties of BZT+x mol% CuO ceramics sintered at 1250°C
measured at | kHz and room temperature

" x content Density (g/cm®)  Dielectric constant  Dielectric loss
0 5.05+0.22 1803 0.20
1.0 5.1610.38 2439 0.01
1.2 5.2240.39 2513 0.01
1.4 5.36+0.46 2605 0.01
2.0 5.57£0.30 2687 0.01

Summary

BZT+x mol% CuO ceramics prepared by the molten salt method at various CuQ additives were
investigated in this study. The ceramic powders were calcined at 800°C which were reduced by up
to 450°C compared with the reported data of BZT from Liang et al., in which the mixed-oxide
method was used. The single-phase perovskite structure of Ba(ZroosTioss)O3 was found in all
samples. The porosity of surface microstructure of these ceramics decreased with increasing CuO
additive content, resulting in denser ceramics and a more homogeneous grain morphologies. The
BZT ceramics with 2.0 mol% CuO content sintered at 1250°C showed the optimum density and
dielectric properties with the highest dielectric constant of 2687 and low dielectric loss of 0.01,
respectively.
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