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Abstract

Project Code : RMU5080024

Project Title : Fabrication — Structure — Properties Relations of Ferroelectric and

Structural Nanocomposite Ceramics

Investigator : Asst.Prof.Dr. Sukanda Jiansirisomboon
E-mail Address : sukanda@chiangmai.ac.th
Project Period : 3 years

This research studied fabrication and relations between fabrication, structure and both
mechanical and electrical properties of ferroelectric nanocomposites. Ferroelectric PZT ceramic
was reinforced with nano-particles of WO;, ZnO and NiO using not only a conventional process
i.e. a mixed-oxide method which has known as a low capital cost processing method, but also
chemical method i.e. sol-gel which has known to provide materials with high quality compared
to the conventional method but its drawback is rather an expensive method. Apart from these
PZT nanocomposite ceramics, this research also prepared and improved properties of new
non-lead ferroelectric ceramics such as Bi-layered structure ceramics using composite method
with PZT compound and doping method via different ions, for being further used as starting
materials for preparation of other high quality ferroelectric ceramics. This report, however, will
present only 3 research parts that were completely done which are shown below.

The first part of this research studied relations between fabrication, structure and
properties of nano-WO; added PZT ceramics (PZT/xWO3; when x = 0, 0.1, 0.5, 1 and 3 wt%).
This research studies fabrication of PZT/WO; ceramics from powders prepared by a triol sol-gel
method. The suitable calcination and sintering conditions were found to be 600°C for 4 h and
1100°C for 6 h, respectively. An addition of WO; nano-particles reduced tetragonality of the
ceramics, closed to complete rhombohedral structure (at 3 wt% addition). The 0.1 wt% WO,
added sample provided ceramic with larger grain compared to that of pure PZT sample. Further
increase in WO; added content to 0.5, 1 and 3 wt%, the grain size tended to gradually reduce.
Physical property studies showed that maximum density can be achieved at 3 wt% WO; added
sample, while the minimum value was found for 0.1 wt% WO; added sample. Investigation of
electrical properties showed that high temperature dielectric constant and dielectric loss values
reduced with increasing WO; content. Curie temperature of PZT was also found to reduce with
WO; nano-particles additions. Ferroelectric properties were observed via P-E hysteresis loops.
The results showed that PZT/5wt%WO; ceramic had maximum remanant polarization and loop

squareness value.
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The second part of this research studied relations between fabrication, structure and
properties of nano-ZnO added PZT ceramics (PZT/xZnO when x = 0, 0.1, 0.5, and 1 wt%)
prepared by mixed-oxide method. Phase analysis results showed high purity as-received PZT
powder with mixture of tetragonal and rhombohedral phases. An addition of ZnO nano-particles
reduced tetragonality, increased density and reduced grain size of the ceramics compared to
those of pure PZT ceramic. However, within ZnO added samples, the grain sizes were rather
similar. Mechanical properties investigation was carried out for the sample sintered at 1200°C.
It was found that an addition of ZnO increased hardness of the ceramics and the maximum
value was achieved at 0.5 wt% ZnO added sample. On the other hand, fracture toughness
values were reduced with an addition of ZnO. Within ZnO added samples, however, the
fracture toughness was found to increase with increasing content of ZnO. Electrical properties
investigation showed that an addition of ZnO reduced dielectric constant and was slightly lower
Curie temperature. An addition of < 0.5 wt% ZnO did not significantly change ferroelectric
properties; however, these properties were degraded at higher content of ZnO. Based on this
investigation, it seems that the optimum limit of ZnO addition was < 0.5 wt% due to its superior
mechanical properties, i.e. high hardness and comparable ferroelectric properties compared to
that of pure PZT ceramic.

The third part of this research studied relations between fabrication, structure and
properties of nano-NiO added PZT ceramics (PZT/xNiO when x = 0, 0.1, 0.5, and 1 wt%)
prepared by mixed-oxide method. Phase analysis results showed high purity as-received PZT
powder with mixture of tetragonal and rhombohedral phases. An addition of NiO nano-particles
reduced tetragonality, increased density and reduced grain size of the PZT ceramics. However,
within NiO added samples, both density and grain size values were rather similar. Mechanical
properties investigation was carried out for the sample sintered at 1250°C. It was found that an
addition of NiO increased hardness of the ceramics. The maximum hardness and fracture
toughness values were achieved at 0.1 wt% NiO added sample. Electrical properties
investigation showed that an addition of only 0.1 wt% NiO into PZT improved dielectric constant
measured at room temperature but the values measured at Curie temperature were reduced
with increasing NiO content. Improved ferroelectric properties were observed for the sample
with < 0.5 wt% NiO addition. Based on this investigation, an addition of NiO nano-particles
could improve mechanical properties and maintained acceptable ferroelectric properties of PZT
ceramic.

To conclude, this research was successful in preparation, study of relations between
fabrication, structure and properties of new nanocomposite ferroelectric ceramics. The results
provided insight understanding of property changes upon processing condition and amount of
reinforcement phases. This research suggested further research direction and development of

these ceramic systems for actual applications in electronic industries.
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The most important outputs of this research were 19 international publications, 2
national publications and 49 presentations in the international and national conferences.
Throughout 3 year research, this project has truly created both nationally and internationally
corroborations. This project played an important part in production of 7 BSc, 2 MSc and 6 PhD
students. Most of these students were granted by different National scholarships such as the
Royal Golden Jubilee PhD program (RGJ), the Office of the Higher Education Commission
(OHEC) under the program Strategic Scholarships for Frontier Research Network for the Ph.D.
Program Doctoral degree and the Industrial Research Projects for Undergraduate Students
(IRPUS) project.

Keywords :  Ferroelectric ceramics, nanocomposite, processing, structure, mechanical

properties, electrical properties,
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(a) ® = PhO O = pyrochlore (b) | ® = PhO O = pyrochlore
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ndedqanssmiBidnmsauuuudesiny (TEM) Weiansannindnelassaireqanipeensdaamatia TEM f
| Ao oA o Y N P o o Ay o e ,
wudndansouziduRsaiun e lfanmaiia SEM nanaRe madldnsordngiuiiiuiuenduiu wiag
ansndnawanslfianndnaniies uifiduuliiduaeoiy fe naiiunsueslningumni 500 o9
= Y & = = = ol I S & oA v o =
wadaatiufiaziawndnas wasieunalnifigumgi 600 evraadafasiuuslfuiaziaualugau
- o -

= = D , o o 6w & X A oA o =
Lu@\iqqﬂmﬂqmﬂﬂNﬂ’]?LNqWQ\TQZIVWﬂQQ’]NQ\TLmuﬂu V]qslﬁﬂ‘léﬂqﬂﬁ.lu"]ﬂL@ﬂWNWuWNQN’]ﬂiNL@ﬂH?uﬂ BN

Y]

v
a A

nengun lifinnANadgslnanissu iR RN LR anas
RINNANIFAATIEWILILLLNTAILUIBIANBLANATRUIBING PZT/XWO, e x = 0, 0.5 uay 3 5y
¥ o Ao i - — . o , a
azlaeniwiinidldinunisuaalazyl 3(a), 4(a) uaz 5(a) wud Hgtuuvedugiundnsidiunisidin Wo,

Tnelinugluuunmaideauuaesndan WO,  uazilefansnngLLuLnIs e uuIDIANBLANATAUTBINS

3
PZT/XWO, ﬁﬁﬂmmﬂ@lﬁnﬁﬁ@mmﬁ 500 mmwmﬁmgﬂ 3(b), 4(b) LAz 5(b) WL Glmﬁmgﬂuuuﬁl‘ﬂumﬁﬂ
Ao witlllanysallngazuansgtiunresednigiusinsos LLﬁLﬁﬂ@quﬁLm@iﬁnﬁMﬁﬁu 600 24A"
waieagy 3(c), 4(c) uaz 5(c) WU gﬂLL‘LI‘]_Iﬂ'W?L%?;I’]L‘i_lu‘ﬁlvlﬁ’flLLWJIﬁNd’]Lﬂ%LW@‘Hﬂ\? PZT AillAsvadauLy
sanludnsen (JCPDS wuneiat 73 -2022) Feldinnistimsziesunun@nans PZTAWO, o gruvniiuaalad

WiNAL 600 aeAIALTEA TIuAarARIIdIUNTHN WO, fiazuaasssununaniuansneiulyl
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g1l 3 AnwnzlaseaiamisqaniAuazgluINISRLLINIaNNTeA-19a PZT uavaen-1aa PZT uaalaiin

ArunAR 500 UAY 600 B9ATALTE ATNATAL

RMU5080024 7 25 ﬁqu’mu 2550



!
a2l

sl 4 Anwnurlnseaen9qaniALar luLLNSREYLNIBNTEA-1Aa  PZT/0.5W%WO, UAY 18A-1aa

PZT/0.5Wt%WO, waalmingnmni 500 uay 600 a9ATadd AMNAAL
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sl 5 Anwourlasaaiienneqania uar JULLLNISIREILLIDINITEA-1Aa PZT/3Wt%WO, WAL TOa-1Ad

PZT/3WO, uAnlmiNgauni 500 Waz 600 BIANTALTLA AMNAAL

5. HANNSASAARALRIALTENAUML AT BTSN

a

AINMFUEE PZT/WO, dRgdausing eunisunslninguugd 600 esrnsadaaiunan 4

]
v v

dalue udorhundnaugiinaldanstiawmiian PVA poudnduiesas 3 Taguiwin anduinliwndumesn
gomni 1100 evmaaides TnaldnsnsTwasesgumnil 5 09 EaFaAsw T WAIINNIIATIAABLITS
a_dnsvy a X o o al - o = o >

findlddaamatianisdgsuwnimnszanendsueesidiend  uduBauineuiuasinsguluuindeya

JCPDS lsnan1snaanssail
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5.1 HANSIAELNRITIRIaNT
a1ngd 6 Fawangluuunisaeauwesis@ienduasain PZT/WO, Wafansaniiyy 20 ludag
Uszanng 42-47 83/ wudn azigtuuunisideauueesiidend dsenndeaiuma (200), 1e9lAsaaiieuny

sa:lUTns0a Naanndasiulng JCPDS unnelat 73-2022 s9uAUuNg (200), - (002) 2891ATNAFIIULLLNN

T

¥

aeinida Tiaenadasiulid JCPDS waneian 33-0784 LL@:Lﬁ'@ﬁmsmqgﬂLmumiﬁmLuummﬁ*ﬁmﬂﬁhm
\3fin PZT 13qn3 wud azuanaareslanaiuuummssindaosnadoia Lwil,ﬂ@ﬁumn’muﬂu WO,
athlazwiuladdnmaniin PZT/WO, aziilanairadumananszuinlassairauuummszinidaiuseniugnsea
LL@nﬁ@ﬂ?mmm@tﬁummmmiu WO, st wudn Tassadreazileuaninmssinialydusesludnses
A Eannsifs WO, %qmﬂ?iﬁw,ﬂuimm?wLL‘UU@@NTMEM@@Lﬁ@uauumﬁﬂ?mmnmﬁu WO,
wihiugasas 3 Taeniwen Teefirnaanafhunnezinga (tetragonality) @mmﬁlfam INEEIHN PZT u?‘zgm%fﬁ
AL 1.023 A 1.0039 L.ii"faﬂ“a‘mmwo3 winienaz 3 Tativiindaugnslumss 1 Gouamannig
Ausnmfimesianiic a waz ¢ uazsrmda o/a Tuanspadiilasearamnszinga fof arananold
dnaiAneun1A ey WO, avlhifuazluGeuulaclnseairenes PZT TWlaauannumsstnidaluhdly
sanludnseald WO, unsdauenaazanednlllulasadresans PZT  udnlideuulasiassa¥iauas
sztziszinuanfitrasasldfuandlumee 1 Tan WY Aidauwnesaiivinty 0.60 Ssansan andnl
wnuilusnumie B edlnseadne (B-site) deenaudlu T vide z* fiflauiasafiviniy 061 uaz 0.72
A9ARTAN ANNAAL [Jiansirisomboon et al., 2008]

\Wafansungy 6 atvaziBan wudn angluuunisiaeauwesiydiendaesiasin PZT/XWO, e

X = 0 uay 0.1 ﬁu%ﬂmﬂ{]wxlmm‘?'iLﬁmmﬂn’m‘ﬁflﬂﬁﬁ?ﬂﬂmummﬁuﬁgu 20 dszanns 25.6 89A7 way
28.82 4" TansaTudayaes JOPDS munenat 85-0711 way 72-2101 wazifumarasans PbO uaz TiO,
PNANAL Mafin PbO duldesungluudnlutde 2 dauniafinula Ti,O, T AAdamsTi PbO ANAZNaN
fa@ﬂmu’m%uﬁ@qmuqﬁ@q%ﬂumrﬁmmiwu PZT 7 Pb \nuet [Polli et al, 1999] vinlvidsngmlanes
aenladaslnniioniu Tneazagluglees Ti,0, Seasifludaufuresasdezney PZT a1nnsfi PbO
ﬁm[51zﬂ’ﬂuﬂﬂﬂm’mﬂﬂ%uadﬁﬂlﬁLﬁaﬂﬂﬂﬂi‘ﬁﬁ‘ﬂ‘ﬂ\ﬂ‘wL‘VlLﬁﬂuﬂﬂﬂu’]Lﬁﬂﬁ@ﬂﬂﬂﬁiﬁ’]ﬂﬁﬁ?ﬂﬂﬂ@ﬂﬂmﬁ‘ﬂj
LwiLﬁaﬁmim’]gmmumﬂ'gmmumﬁﬁmﬂﬂﬁmm PZT/WO, fiflsmedaunaiiu WO, winfil 0.5, 1
uaz 3 Yeaziastnuin naulinufiaresma PO waz Ti.0, Mlsngluansiia WO, wihiu 0 uaz 0.1 fes
azloatiwiingananlldnediu fweradlunems Wo, finasllazinfiieniu Poo Adlidmngmazes
PbO 14 LL@:ﬂﬁiﬁiﬁquL‘V\Imﬁ'l,ﬁmmmiﬁﬁﬂﬁﬁ?‘m?wdw PbO fiu WO, uilasanniunn wo, lsixan
weflazanunsansadudaniidiendld seludlefun WO, Frdwdy 3 Yeuazlneninin Amuila

POWO, @9iina1nn1sMnlfjizenszudng PbO it WO, Jussgy 6
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* =ppwo, V=Ti;0; @ =PbO
I ’ r‘!_x= 3
.J" el | M, \ W o3 A\ A\
i i fx=1
M | _/I Iy
L/ Yy I~ ¥ \ Fat J
) ' =0.5
=. I ‘“X
= L d e A /
Ey : Yix =04
g f v ® | _"-. \ |
2 - T P *-w—-n\.“j A —
£ ) =0
y & » e
100, R . P J ¥ SRR i
= s = JCPDS file no. 73- 2022
A S . .
=il s JCPDS file no. 33- 0784
§ : . : =
20 30 40 50 60
20 degrees

gl 6 glununsaaLNIesidlendaesmsdin PZT/XWO, e x = 0, 0.1, 0.5, 1 uaz 3 feaazlnetiuin

\WHeNnIsnTumnes ol goamni 1100 a9AaaLTea

;1979 1 AanRlunnsyintdageimsniin PZT/WO, Wevinnsmndumes oy goungil 1100 e9rnima g s

Weight fraction of WO, Lattice parameter (A)
Tetragonality; ¢/ a

(%) a c

0 4.0435 41364 1.0230
0.1 4.0734 41128 1.0096
0.5 4.0663 41047 1.0094

1 4.0734 41047 1.0077

3 4.0734 4.0894 1.0039

6. Nﬂﬂ’l‘iﬁli?"lﬂ’ﬂﬂtﬂ‘iﬂﬂ‘}’ﬂﬂﬂ’]ﬂ'ﬁ@ﬂ']ﬂ‘ll'a\u‘ﬁ‘i’lflﬂ

'
a o

\Hatensnin PZT/XWO, e x = 0, 0.1, 0.5, 1 uay 3 Feaazlneinuin Nuunisdntugiluazinndu
wasigungd 1100 esamadea Wiuoan 6 dalus sndaliFay udarllisRassaanuien (thermal

etching) Ngouugd 950 asAmadea tunan 15 wiit Welireunsulingiu wdsaintiuildinany

azensnepzasdans laindiduogn 30 Wi neuiNNTAsBifendedqanssAmiBianATRULLLADINIA

WWARTIREDLANHULINTY TUIATRLLNTU LAZNNTNIZANFRTR9IUA lANasT

6.1 TAS98519199801A

[N NTNEAINNAB4qanssAtiBLANATAULLLARINIATEIRNLEINEN Aagl 7 wudn 1w

P

29I PZT Usgnsardglinldannnns duwaenduy Sinswivawaluguazidanizluiu adnadul

=

naALIauULRALUNAI89N9Y (abnormal grain growth) wananidawugnguawalvgjusngausos

1 = 4 1 1 @ v
naziualiAnuniiuiug mmi@ﬂummu@ﬂ
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\HaRansunlAseaineqan1ATee@sIin PZT/0. 1wt%WO, wudn insuaziauwalunauninideday
Audla ldldinnaEneyniauty wo, waziiunthdunadnazlinunsundawmanlziluegmiienly pZT
13gns wananidanugnguanaluguinuasdesdaiinainnisugaaesnsy (grain pullout) luifFanm
wnuaznszanaegiinll nsnsuiawannavedwiiainiienaazidulilécan nadneyniauiy wo,
TuiBunfeaar 0.1 Teadwin  dadulFuiudlduininetaazdenalfifanistumesuuuimanesvian
(liquid phase sintering) TuuneiFvuaugllfunsdunasluaniuzaeuds (solid state sintering) Asdana
AANNTUNITBINIAANT N TUmeS Inailaiinmareanan lunssuiun1sTumesaz g lANemIIN1TUNI R
wadsld Tagaynipazgnuenaananiudasasniuaaamnas (iquid bridge) TedAMNMBIATEIYINES
= o d”ﬁ 3 dl o Y a 1 Y& 1
Wisuieuduauungesteuingy  uazazniuaeawaaitazidudunnsivnldinantsunslfifandnaey
e M lFuansulnanldsasandinistunesuuuldfmarearar  uananinisdumesuuuina
. e T AT . . . .
asmantataelunisuunansee  uiazauetiuiladevanedsznisssneuiu 1wy Yudndassudng
IAUNAILALNY (low contact angle) Huimgm?@u (low dihedral angle) mimmw@\‘migmﬂm@ﬁm‘ﬂm
909ud9 190 (high solubility of the solid in the liquid) mmwmﬁwmwmmﬁa (homogeneous
packing of the particulate solid) UAZNIINIZANEFNUDUNAUDUNAITLUINUNTU (homogeneous distribution
of the liquid phase between the grain) [Rahaman, 1999] FalunselifFunoy WO, Wen 0.1 Seeacing
Wiy asswmaciifaluanaayldiiesnenaviiniindesinssudvaynaaasudcldanysnl Aaudmnam
n3uluea (densification rate) Asdpandndnsiniamulnvasingu (grain growth rate) MnlsAmilugngu
AUIUNN LAzAUTUNITUnefuLLwdrasmaindsznauiene 2 afliananiu teun marandluanuias
i Ae PZT wsr WO, Tuilulpsansiinusiasnaenvidenifiseniunaman WeldfuaanFeunindy
PDUNAIEWMARN (eutectic liquid) Tu TaatdaRansandauiunsarmziasdlsznaunisailuiadae 1 azny
dl a o aaa | o 49( < A o P2 a o aaa | a o
waniinannsinlizenszudng PZT fu wo, au Alunistiudulddnianisinljisenssudneanainiu
o a 3| z
aavannauWgaa a1
TuanzipeaiuiafiansuninseaineganIArestialgsiln PZT/0.5wi%WO0, WUl TUIANIUATIAN
A p o a ‘ o o o X A
asnenFuumeuiuEdn PZT uay PZT/0.1wt%WO, wazauimniuasudeasindipssiusinauile
o . - X oa. S S N B . ¥
Wisueudusdn  PZT  wanannilinsudelidneoiznanuunngedn  aannsiinsuiauiadnaivay
asunglwindastell tnefiafansantiununiadis wo, inintwilufesas 1 uaz 3 Tnaruiin wudt 2ua
4 - I o s L4
nsuazanadllBasT]  mNdENINaEN WO, AiRnau  usidnsinisanaseunsutiuazliaaninide
WRauisuiudnsnisanasesnIuluBuiunissin wo, taar Gesas 0.5 Tnauniin) wiluwanzimaniu
) @ @ X A a X, o L X P
stderavnsuinu NnaNNTwRe T INIAN - WO, dnTuduiy islieanasriavnuiannly
1 ) I's = d? o £ = ] 1 2 1 a dld
sevdansTumefariFinauaeraINInIvazi iinsudslsvAeudnenan  wiludauaessini
UFnnizesmadtiae nsuarinisulasuulasglisetiannnautFo e dudasend1an suiuiLu Y

[Rahaman, 1999] wazieafansouInisnszatesiazesnsuiduduRaaiuiliuunasn Wo, winiufes

ay 05 Ieguwin Ae awisnsultws lndpeiuNnwie FauWsuiumsin - PZT way

o))

©

X
b

a

PZT/0.1wt%WO, uananilidafatsangll 7(c-e) wWudn USHIUINIULATINIATRIgNIUENAAAY Tetnay

danasaanTAn1anianndeas leasune luiadasiald
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AIUN9AARNIIIWIANIUIEY PZT Waiinayniauly wo, adlilanadianmeuiedouniann
anstsznauluiifinannnisindfisansendns PZT fiu wo, anavinuiinidludungdu (inclusions) Haziinli
NALINANTATELINT (solute drag effect) wazdnusaiunnifisanaanaas@nisassaeunuld Tneuana

a = ool o X L L, 2 a a X =
woAnssniunyadavauinIwlinGEand “grain boundary pinning effect” Fvananaveansileluilazlifing
ABNNTLNIUB9Ea17wWINlATN  [Rahaman, 1999] #etiaennlFn1sAA U898 UNIUEIaY  WanaINHay
dunaiulfdnnliununisinenauily wo, tear azhinumazesanstszney Powo, tetlunn Gein
Tinsanasresauiansuililulillfatemage wasdaaundrnfiunnnadia wo, sntiu fenaazilull
IHdnansnarednrazatenn lfinausaInize Ny Auafen 1suiaamiaan1sAae uN1e9e LN LAY

wasuudasruanswluwgsfinssuy PZT/WO, # snnndianinazeainaguagiuninadly

31l 7 nEneAINNAeIqanssATBIANATELLLUABNNIIATBNHILEINEN PZT/XWO, 118 x = (a) 0, (b) 0.1, (c)

0.5, (d) 1 waz (e) 3 Fazazinzyinmin
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6.2 AUIALNTU

Lﬁlfaﬁ'&awmﬁgﬂ 8 HeuaneIUIAINTIRRET84 TSN PZT/WO, W41 i1318in PZT 13guiasiauaungis
dszanms 3 lulasing uazinisnszansgessuimnaunndaaniliin Wo, uasiefansananainsuses
wanfin PZT/0AW%WO, wudn insudanalvgfiunnndnaniin PZT wsanide 2 wih Tnsildiads
Uszann 6 lulAsums delfesunamauaninmuintuludadnedu

et WO, Faduiutesay 0.5 Tnednin wudn anainsuanasedsanEaulsznn
1.8 lailasiums uasilSunnimsiiu WO, Fduiudesay 1 uar 3 Tetmindu wudn sunmnsuided

a !

wnlinanasdniduiu. widnanisanasliinindemeuiuniununagy wo, winiufesas 0.5 lae

a

wwdn A Huwiedssiins 1.4 war 1 lulaswes A wiugadn PZT/AwW%WO, uaz PZT/3wt%WO,

©

o A

ANNANL TiatnaziilutanIananinaredsaannaaunsuaanana luwan

Grain size (pm)

~—
i—————___________
- ;

T T T T T T
0.0 0.5 1.0 1.5 2.0 2.5 3.0
Weight fraction of WO,

71 8 AWAINTURALLRTIIAN PZT/XWO, Ha x = 0, 0.1, 0.5, 1 uaz 3 Fauarlaainnein

d! dl a v Y & 1 al

gaaNansnlasaieqanialugl  9@)  waaslidiudnlrwineynialaemutlsiiuaesuin
wATWLIAANNT IATeAN IURLLRALN AT UANANNTNEALATEHIUIATBUNTUTINTLNNTNTZANFI T8
4 - R de 4 9 eawa e
ReyNIAN PZT Al lunisdumes TEN1INIEa18199uIne RN 1ANNI N Saudasin liifinnisuuusn

z 1 |G o 3 v a o tdld % tdl 1 OI
UDITUNUNBWHT (green body) 49 wsfidnazyinlilfasinudsunnilassaiimisqaniain ldadiiane
(inhomogeneous) laadinsurunalvaflusinazinadnernSuaznauinsuaiaanlléiaeg  [Ranaman,
1999] AsanafluaweiniiansTauuufiatnfeansuiu wazilaiaisunisnseanafaresauansily
- . . - 5 . - X
133N PZT/WO, W41 N1INIEAEFngeduInnIuaziALadiazasiuia lun1snssaesuuulnAnnay

a

leifleuiuinsuses pPZT Liqns

Lﬁ@ﬁ@qimﬁgﬂ 9 ‘1‘7{LL@mmwmmmﬂé’@mammﬂ%Lﬁﬂm@mmuzﬁ'mﬂmmu‘%‘mm?@ﬁﬁﬂmm%umu
|afin PZTWO, Wudn aliniauanat] 2 wiu Ae (1) MIUANANAIALINTY Vide intergranular fracture S4iflu
anenizfisatunnaenglUpaIonTedinI uaz (2) MIUANKULENINY 138 transgranular fracture duiu

AnwourNseauANTENEMEgFNIUY  IvdneuznswAnmandenaazidudatdn lidnreuinsuiacuudug

D ~
wndasineale
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51l 9 MndrgaInnAesqanssAlBIANATULLILIABINIIATBNTAEINIEINEN PZT/XWO, 1ia 1l x = (a) 0, (b)

0.1, (c) 0.5, (d) 1 waz (e) 3 Fazazinetinuiin

% = 3 d’ [l a = dl A a dld
drreunsuianuudaussn  dlidnavifinandmasnsilsznauauidaeyniaEinuseiiangu
uwlausegeagUinaniufardwaliiseaunnulaauianienisinaeun il uisnunianuudussingy  Tag
UnAts U uiuaria N life leasszuny e HANLNNIBIATANYNINUTINIBLINGUW N9
dl dl :J/ % ¥ o [ a %3 k73 d‘ v
indeuIessatuANuarsiasldnaunnlunisuaniuiBn e uinsuudmegdn iU lwnsu Wesanses
nsvunuresnanideuiuan e liestasssunuifnaeunu - wenanuudsianuunnsesiazan

a

AEHUTNUUDLNTY  T9azFaa ENANIUNINNIINITAaUIT U LN I T AN NUNNIBILA T H AN ABLTIAIT WYD4

g
= = o
a

HAN AP NN ANH UL ULUANRINIUEWAZ A NI LA AN T LN T
\HeRANTuNIeeuANT8AEINEN PZT Wigns wudn Usngreauanvisasuuy widuualtiuwanmiu
TRLNIUNINNTLLENTY usilafansuasiln PZT/WO, IlfEuns WO, wiaiufesay 0.1 Tnaviauiin
' | I < = = 2 Pl a o X ' =
wud dunisuanmuzeunswieuaranysn]  feenaanduaresdlddmninludnmdiuiiihaziany
wiusarieandnganiniEgns willedsunnniain wo, i 0.5, 1 uay 3 Fesaziaatiuin wudd seausn

= o ' X A ~ X o o = ° o a P~ =
quLLuQIuNLLmﬂN’]Lﬂ?quﬂ"ﬂuLNﬂﬂ?qu WO3 AN ANUY ’QQ@'\’Q@:V]'WH’]HVL@VJ']Lsﬁ?qﬂﬂqzﬂﬂqqﬂwﬂquﬁ\i
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al

X 4 S X o @ A e . | X o =
NNAULNALTHIU WO3 Wnawauie wazidunindanadinisuanuuudinguil dnazwuluinsundauns

Tujunnndunauaunaan detlidiuinnsuawalugazianuudusdaanduiluldnumauduiug Hall-

Petch [Rice, 1977] Mnanq91Aadwdsnsaaziiiudndounnfuiuaunning

7. NANFATIAFDUANLANINILNIWLDILETINN
AT ANTNEIBNIENTUME NN 1100 SIAWTATNE  NIATIRABLANTTANINIENN
v | o = N o | N Y A @ |
1Hun avumwuuy nsumda uaznannellreamn@nudsnn wudn wandnfivsasliasiizlsaiuumtu
= | i~ X - o N = = o X
nanfandou lidaiden videuwnniin uaznanismageuanifinanan wlsneazidenssieliil
RN ANLEGNE PZT Uaz PZT/XWO, NIAIAAELAIANNILILLINAEUANN1I289815A

o a

AR lANAAIRNTI 7 WU ArANTIILILEeEs N PZT aziien lgaintagaziiAdnidufesazvindy 93

22D

= o '

WaWauiuAtaEwiunmoel uliderianiadn Wo, adlllu PZT wud azvinldimanuvuiuiy
wasnudasly Tnadadn wo, adliluifFunndaswindy 0.1 Feuazlaguiuin wudn AravuuuuLuay
anagateNIn  analiesanniiunamianadlltiuasin iiian stumefuuumazeanas a9Euaeana

ppamad ludnsdauiiiiten AsliarnsaFusingdasdesendnan PZT Idauysal awinlifagnguauly

(2
a

PFannuun desaliaoumunuiuan usidelfununiafis WO, Wisaiy wudr A uvunuiuiuue i

¥
=

~ X 4 A a ) | o=l = a @ 1. .
WA 1HB9aN WO, MikinaslUiiuanaazdanalilinaeamassndu A4aunsnimsfiNgea919eudnans
THunau antBunagnguuavdanaliaoumunuiugeaulungs dstiuduldainnisfinsuldnsmznauuuay

Wetlfnainiaiin WO, unau fAnatesiasaiqania wazilletfunn wo, snnawilufesas 3 lne

a

wntin wuda AvpaEnuiuariAngengaAnduiesar 97 WelieuiuAIAMNUNILULNNG ]

% v a

A o a ] A o <, Any

WethsfnunmaseuAfeaaznsuaddniuinsuazisaimelivdunn adnlAuans
pNdniusiufTinfesaslneintinaeseyniaunly Wo, nbinaslllfnauanids mise 2 uazgd 10
AINUANINAREIRTAUNATIWININEN  PZT  1U3qratiuaziiAnferaznisuasauazuaannellinngn @

o

ABARFRIAUANANILILULTANEWIY wasNdnsnisEin WO, wihiuFeaay 0.1 Taatawin GeliAaonu

wuuARgaiuinuddnsaielldeudnigauaziainisussanaeudienn asdenaliaaiuuiuiue
tdl dl a Y v % lﬂl a % U dl o zd dl ] '
ngaennesungliludodnediu  uanllefansanlaseaineqania wudn  dmadauiiizuainsuilnnindd
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A9 2 UAANAIANULIULL NNIUAG Wntinfigeyidaveigsniin PZT uay PZT/XWO,

Weight fraction of WO, Bulk density Relative density Shrinkage Weight loss
(%) (gfem’) (%) (%) (%)

0 7.5210.13 93.13 36.76 + 0.69 4291 0.08

0.1 7.06 £ 0.06 88.26 36.83 1 0.32 6.311£0.15

0.5 7.59 £ 0.09 94.91 41211 0.84 6.711£0.17

1 7.44£0.10 93.01 38.50 + 1.44 450+0.22

3 7.75%0.07 97.09 42.44 £ 0.61 5.90 £ 0.20
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19 3 AasiladidnvisnuazaAtuniesnisgodanislagidnvisneecssin PZTXWO, Mvinnedn o

UM RNeILAz U A3

Frequency | WO, content ) Dielectric prop. (RT) Dielectric prop. (Tc)

(kHz) (wt%) fte € Tan O € Tan O
0 - 976 0.0200 - -

0.1 401 930 0.0353 22480 1.8595

0.1 0.5 393 879 2.5640 22553 0.3231

1 380 859 2.6280 16027 0.3133

3 361 1111 2.1340 13249 0.3323

0 397 962 0.0036 24057 1.7618

0.1 401 923 -0.0189 17826 0.2333

1 0.5 393 854 0.2562 16551 0.1277

1 381 827 0.2695 12801 0.0873

3 361 1068 0.2181 10849 0.0864

0 395 950 0.0085 15350 0.4060

0.1 399 996 -0.0198 15878 0.0764

10 0.5 393 898 0.0297 15200 0.0526

1 380 863 0.0272 12123 0.0404

3 361 1117 0.0231 10325 0.0372

0 395 937 0.0097 12950 0.1153

0.1 399 1067 -0.0891 17003 0.0773

100 0.5 393 954 -0.0645 16253 0.0484

1 380 910 -0.6380 12950 0.0263

3 361 1174 -0.0684 11075 0.0004

0 395 928 0.0123 12874 0.0646

0.1 400 1058 -0.1582 18129 0.0621

1000 0.5 393 933 -0.1371 17378 0.0177

1 381 892 -0.1371 13850 -0.0199

3 361 1158 -0.1397 11522 -0.0526
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anANNABANElY (internal stresses) TWINUANAANHANIAINNNIRATLIBIUARTT (lattice distortion)

sxminalaseair el asistdnyisnuazn1s81&nysn [Tipakontitikul & Ananta, 2004] @4luanuadeiinngin
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(rwe+ 4+ v ' zra+

9999 PZT vinliiianstingLlaesuaniieau [Jiansiisomboon et al., 2008]
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Polarization (4Clem®)
Polarization (uClem®)
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AT 4 ANANNNLNE

k7 o

o

ydaeriuantFmslstanyvEneLmINEn PZT/XWO, e x=0,0.1,05,1uaz 3 Jatay
Tnetimin

WO, content P P, E,

2 2 PP E/E pex R
(Wt%) (Ke/em®) (KUe/em’) (kV/cm)

0 12.51 18.68 13.27 0.67 0.54 0.79
0.1 15.08 20.72 9.68 0.74 0.39 0.88
0.5 31.02 35.10 11.09 0.89 0.44 1.40
1 24.08 29.93 11.40 0.82 0.46 1.20
3 20.21 27.01 11.40 0.75 0.46 1.05
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AAUN 2 — AMNANNUETEUINNTETUIUNITHAR TATIASY LAazANLAADWTSINALAALERSIALUA NN

wanBnagaymavturasdiaaanlas (PZT/Zn0)
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wdausiatse PZT/XZnO e x = 0, 0.1, 0.5 uay 1 Jeuaslaatimiin daeiuaneenlad dhlamagevia
fnumpiiAnsiaEaiuLesiadiend mn&uﬁqmmuﬁiﬁlﬂﬁm%ugﬂ LL&’QLm%umm’ﬁfqmuqﬁ 1050 — 1200
avAgadon unan 2 il Fefmmmstwasesguugil 5 asdnadaanni snmsinmiaseaiie
9807A ANTANNNENN antiFdang wazantAneliiieesssin PZT/Zn0o sl

ANNANNTATIARELINATaTHS PZT datimafiansidaaiuutesisdiend wudn maaneslawalnm
wnnsenlaTinananige Slananszwinaawmssindauazseniudnsea uidledin zno Azl
ananflumammszindaresaniinanas Arumnuiuesesfinduus sty dauswnainnulasieds
agflualiuanaadiadin zno wiazleIndidasiufinny Wunniadin zno dwiunanisinnau
L%\mmjmLsﬁﬁ?’]ﬁﬂ?ﬁm%ulmmrﬁaqmugﬁ 1200 aernadeg wudn wdinasdiasuudanntudedinnda
Zn0 Taeisnfin PZT Afieamdaunisiiin Zn0 wiriu 0.5 Feaazlneninmin @:ﬁmﬂmlﬁﬁqqaﬁm d9UNILAN
Zn0 azildinpusunusenisuananas udaziluualiudsduindeudiotinnminisdinannty uaz
lanmageuanTin el wodh madin Zno azdaualiAnasileddnviinanas dviuanRmslsadnn
3n wudn M Zn0 T B < 0.5 Jerazlantnuin i Aeuudasaumnilsaudnvian usidlewin zno
sntuazdanaliaaRmlsidnvinanas mmﬁuﬁ@”ﬂ‘ﬁ@:Lﬁuﬁdﬂmilﬁuwmmmmm‘Eu zZn0  lu
rnaufimunzay (~0.5 %@mzimﬂﬁwﬂﬂ) mmamﬂi”uﬂ;muﬁﬁL%\m@IuLLdﬂJmmmu"ﬁﬂﬁﬁ%u LaZAN

anTRslsaidnyenlilndiAeaiuaeimsiin PZT 1sgns 1316

2. NANTFLATENNI PZT wazuaunlunanlngs PZT/zn0
2.1 asAdsznaumaiaiaasns PZT

annsthansaed Wun Pbo, 20, waz TIO, suanfudaamaiananeenlas wdamuaalni
qowndl 800 asrnimaidaa e 2 dalue Tnesasnstwasesgnugll 5 esrnadeasnit annis
psvadeLIATeeedl IddumATAnsREa UL siadiend winFeuweuiuatsuinsguluuiindeys
JcPps  lguadagl 1 %qwudﬂmma‘ﬁ'Lﬁﬁ?ﬁﬂlﬁfam@méﬁmﬁu%g@mmﬁmm@mw PZT  gms
Pb(Zr,,Ti,,)O, ‘wufludeya JCPDS wanminn 732022 Gadlusdnifilaneairounusenludnses
(rhombohedral) uazdayaunsguuiudaya JCPDS nanaiay 33-0784 fiflunanifilnsaaiauuumney
Inila (tetragonal) vt e PZT ke lddsznandan 2 adenann a?wﬁ*ugmmumnémmumm?ﬁmﬂeﬁ
83u9 PZT/ZnO lushndausine aziidneniziindandsiu fasmin zno fiialdfinasenianfsuuas

waaaamsNn PZT
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Intensity (a.u.)

| | PZT

J \'l.._ Jr‘IL PN S, )'J‘\_

JCPDS no 33-0784 - Tetragonal PZT

JCPDS no 73-2022 - Rhombohedral PZT

(110)

30
20 (degrees)

22 Tﬂi\‘lﬂ‘?ﬂ\i‘i@ﬂﬂ ALASAUIAUARING PZT/ZnO

T
40

g1l 1 sluuunisipeawwsesfdendaadng PZT

NNENEAINNABIGANIIAUBLANATBULLILABINIIATBIBUNIAKY PZT Uaz PZT/Zn0 Misisen ez

2 wudn gUdereseynAReRANEEIA AN uazayniadiuluniaziniziuiunszan (agglomerate)

UriluAuauniaipen

g1l 2 pwdeainndesqanssmiBianAseuuLLdeINATeNun TuReNTNER PZT/XZn0 was lmiingmg

800 aaFIadEed (A) Ha PZT waziaunluaanIngsn PZT/xZnO e x JA1winfu (B) 0.1, (C) 0.5 waz (D) 1

Y ¥
Sazazlaginuin

RINNTIAINEVIUIATRIUNIA PZT Uaz PZT/Zn0 linadagy 3 azinlddnaunuedns PZT 8nng

nszaneauuulNA (normal distribution) wazievawinayniaatar i indiaesiulugaslszunm 0.50

~0.60 luAsau

RMU5080024
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() Average 0.57 = 0.01 pm T4 (B} Average 061 = 0.01 pm

Fraquency

L o4
e T et T e T et ™ P e et P e T et
Size (um) Size {m}

(=] Average 064 = 0.02 jam 144 0@ Average 0.46 < 0.01 um

Froquoncy

I T

L2 o
]

ot 28T a0 a® T et et L s R L e L et e

Size {pm) Size (pm)

7l 3 UAAININIEANEFITBNTUIABYNIALE (A) HNLFGNT PZT uaziaunluaanngn PZT/xZn0 e x 1A

winfiu (B) 0.1, (C) 0.5 waz (D) 1 Fazazineinviin

3. 'ﬂﬂﬁﬂi:ﬂ’ﬂﬂﬂ’]\‘ﬂﬂﬁ‘ﬂ’ﬂ\n‘ﬂi’lﬁﬂ PZT/ZnO

ANNIMIRRAUINAVDLTINRNNFFaN P AN ATANT AL WL enT  wdawlFaudeuiy

v
& o A

arsumsguluuiindeya JCPDS ldnanmmaassiaziiiauedeyauiazgnngigumes Asil
Pgounn 1050 evAaEna wwaRNLTgVE PZT MidNasdzluuuniadesuuaesis@endiduwuy
weafumaues PZT lasaisuuumvseindananiumaniilassadwuunsaniudases luifunnuanias
o dl QI a ° L2 =1 o .
wanaiagl 4 uaziainiFuunisiAnaeseyn1a Zno axinliAiaaudummssinia (tetragonality) 289
998N PZT/ZnO anad AIm1se 1 luyne Fuuasdinazldinismmanuaistszney ZnO 7ivtiiiadann

o '

wiRaiuiuAnanalfudalurinda 2.1
dl a = a a & d‘ % = d’l o a s
Pgouuni 1100 waz 1150 aeAnadea waRnLsgns PZT Hidariigtuuuniadeauuaesisdiend
aspndeiudeyaninsgiures PZT Alassafradusuummssinida dwandlugd 5 uaz 6 uaziledia
PFununsiiineynia Zn0  azwiudgsndinazianudunnseindaanas  waslimaniinssa¥eseniug
&
ATAANINTL
= ~ = a a &£ P X o ol Y o
Pgoung 1200 asAgaidea mANLFgNE PZT Aavizluuunisaesuueesivdiendiaenndeaiy
y dac o . e 4 -
fayannsgiuzes PZT ndlanaiaduuuumnezinida dwanslugl 7 waziliaiuiFuiunismineynin
znO Tusunuties ) iliaudummszindaanas aunsevivFunainisi@neynia Zno windu 1.0 feeas
Tnainin AanndumnsyintidaasiAndnlng 1 Tounnaiedlpnudunasenlugnseaninauy
Weandannsannudniutszdepnudumnseinia (c/a) AulERiunisEneyniIA zZno Az

8 audiulddndn c/a aesmminaziuunlinanaulainguu)in1sTumedain 1050 ~1150 aepnEa T s

walalinguunRTumasuinawilu 1200 asaaaias auidunnsyindaaz i
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Intensity (a.u.)

:||
Il PZTN 0wt ZnC
¥, I\ A
|i
| PZT/0.5%t"%Zn0
A __al__' A s i I
[
It PZT0. 1wt%Zn0
A A A - ~ JaN
It
f , PZT
L S TS Y | S . GRS S o N
JCPDS no. 33-0784 - Tetragonal PZT
< | ! 21 = 551
N JCFDS no, 73-2022 - Rhombohedral PZT
! A =,
- - - - - - - - -
10 20 30 40 50 60

20 (degrees)

71l 4 uamaglununisiaeniuuesidiendaeq@sin PZT/Zn0 nGumes ol goamni 1050 esAgaites

i PZT/1.0M%ZN0
PR O oy BT L AT IR, L i Se U

I PZT/0.5wt%Zn0

— U — S S NG
|
"
il PZT/0.1wt%Zn0
/L A -
]
I
J\ PZT
o ) A y.% NI VRN S

Intensity (a.u.)

JCPDS no. 33-0784 - Tetragonal PZT

1100)
1
-

JCPDS no. 73-2022 - Rhombohedral PZT

T T T
&0

' 40
20 (degrees)

71 5 uansgluuunisaenLuIesi Alendaeq@sin PZT/Zn0 wnTumes ol goamni 1100 esAgaites

Intensity (a.u.)

I PZT.0wt%Zn0

S ) (L VT R 3 W . S
)
|
I\ PZT/0.5w%2Zn0
e i U | G - I W
I PZT0.1W%Zn0
S __.a’\_____)"\.. N Rt o T+~ YRSt T
|
i
I PZT
! W———r | 1, \ ST P P ol |

JCPDS no. 33-0784 - Tetragonal PZT

JCPDS no. 73-2022 - Rhombohedral PZT

T ¥ T ¥ T 2 T

40 50 60
20 (degree)

gt 6 uansgtluuunaaeaueesi@ienduedunsniin PZT/Zn0 w@wmes ol gung 1150 avAgadea
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I
Il PZT/1.0wt*%Zn0
A _.Jl..\
| PZT 0.5wt%Zn0
i
g AN I A e N
T |
3 I PZTO.1wt%Zn0
et IR |\ DTSR T b Sttt i - k]
i1
P { PzT
1
g P Al A A )
2 JCPDS no, 33-0784 - Tetragonal PZT
= =S - - g
S
JCPDS no. 73-2022 - Rhombohedral PZT
| L ==
- T . - - 3 . . -
10 20 30 40 50 60

20 (degrees)
g1l 7 uamaglununisiaeniuuresiidiendaeqasiin PZT/Zn0 wngumes o goamni 1200 evAgaites

1974 1 uansArAsilunnszindaresssfin PZT/Zn0 wnGumesngumg s

Sintering temperature ZnO content Lattice parameter
. Tetragonality; c/a
(C) (Wt%) a (A) c (A)
0 4.0278 4.1308 1.0256
0.1 4.0312 4.1237 1.0229
1050
0.5 4.0380 4.0926 1.0135
1.0 4.0397 4.0900 1.0124
0 4.0440 4.1416 1.0241
0.1 4.0578 4.1228 1.0160
1100
0.5 4.0629 4.1147 1.0127
1.0 4.0664 4.1103 1.0108
0 4.0320 4.1344 1.0254
0.1 4.0569 4.1237 1.0165
1150
0.5 4.0716 4.1192 1.0117
1.0 4.0742 4.1192 1.0110
0 4.0406 4.1290 1.0219
0.1 4.0431 4.1156 1.0179
1200
0.5 4.0690 4.1281 1.0145
1.0 4.0865 4.1263 1.0098
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1.03
—=—1050°C
102 —e—1100°C
102 o —4—1150°C
= —e—1200°C
[
‘.."'_3.- 1,02-_
g 1.02
g . ¢ e,
o 1.02 4 L)
g
- ® -
1.01 A
&
1.01 1 *
1.01 T Y T ¥ T ¥ T ¥ T T T
0.0 0.2 0.4 0.6 0.8 1.0

ZnO content (wt%)

71 8 uamapdnilummssintiagedissnin PZT/Zn0 wdune Mg mmngisie

4. FNUANINAILATNARILTEFINN PZT/ZnO
U HNTE UM TUNE U 1100, 1150 Uar 1200 BIANIAEHNA NIATIAABLIAIIN

mulne I EanN199999 SANAR IANAAIA1379 2 LaTNTINWAAIAINANRUSITUIN AN AU LUUE NN S

\
$al

AUBNIUNSENEYNIA ZnO A3 9 TIWLIIANANULNLULIESEINEN PZT USgMEN M RmnGumes

q a

[

1100, 1150 WAy 1200 a4AEALTHE ALHAIAMNAVILUUANANSAAUT19AT A 94, 92 LAY 96% ANNATAL

1
a o o a

TegoaniniamnGumasiin bildasindaumnuiuninfigadmiuganidnidgns PZT lunimaaesil

q

A9 1200 B9ANLTALT A

Lﬁﬂﬁﬂf]a‘lﬁuwmﬁ zno adhllu pPzT LLz’ifaLm%umﬁ%mmﬁmm NUINAANNUILULG IR
YasusazguunnIsenazet lutaanIsaneyn1A Zn0 Tl 0.1 - 0.5 Searlagtimin 1iena
Lﬁmmmﬂwmﬂ ZnO 17{Lﬁumiﬂmﬁmmﬁ'mmmummmmmmﬁmﬂ‘lmﬂwﬁﬂ@mmﬁﬁme WA
dululginleeau zn® unedauaziinadnllunuiileseuses 22 Winsaraneserialind saililaeannse

laaauaad Zn™" NAWWINAL 0.74 A Teilenlnddeeiuauinlessuass 7 AR5ANlaaauwingy 0.72 A [CRC

v

Handbook of Chemistry and Physics, 2001 - 2002] uazansedadusadaalunisiendumasldunans pzT 14

a

Tnaians zno azynliifansdumasuuuaaasnag (iquid phase sintering) U dsnaliaunsnangnmni

Y]

wWumasadle [Nielsen et al., 2002]
atwlafimy  Welfununsineynia znO Wnaw (0.5 Feaavlaeuniin) aziiuinanu
L~ 9 vy g - 4 X . oy
wuduiiultuanas Matienaiieannainnisiseynia Zno luFuiniuinay aaazinlieynia Zno

uadaunliazanadnlllulassairanesenalndliuazenaazidnluunsnegssndnansuaes PZT sanaay

1
a o

M FaRIINITuNTI0INIaans PZT anas seilsneanulaangaidsiansmainuniunenindn ALO,-SIC
Zhao waz Harmer Tl 1991 finanalddn Insnudanisunsaeanviand ALO, azgnasuANTaanIsunsL
2BUVBUNTY AITUNGANIINNNUNTAINANIAA N0 e FU s insyUL PZT/ZnO Igdmeniu [Zhao &

Harmer, 1991; Stearns et al., 1992]

'
o=l

\HANANTUNBNENATDI NN AT WM TR AR AN ANMWIUUILIEIIAN PZT/ZNO DTN

'
= a

ZnO fausiFeraz 0.1 - 1.0 Taatutin wudMgmuuni 1100 waz 1200 B9ANEATEA AMARINUWIULILALE
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'
' ' o '

A luAnsinaiuaena i Aty wingungR 1150 eamaaldes AMAINWILLNIaEINRNAEHANAING

D

¥ (%

Werfununiaifineunia ZnO winiuFeray 0.1-0.5 Tasuuiin ululBuiunaineynia znO nieuay

1.0 Tnatinuin aziAnAunu e InauAsaiy

A9 2 AYNUWILULLRUEINANLFANS PZT waziesiin PZT/Zn0 Ngaungidumassng 7|

a

Sintering temperature ZnO content Bulk density Relative density
(c) (Wt%) (glom’) (%)
0 7.5310.05 94.02
0.1 7.89 +0.01 98.64
1100
0.5 7.92+0.02 99.10
1.0 7.86 £ 0.02 98.55
0 7.44%0.04 92.87
0.1 7.71 £ 0.06 96.33
1150
0.5 7.8410.02 98.11
1.0 7.87 £0.04 98.68
0 7.67 10.04 95.82
0.1 7.91£0.03 98.78
1200
05 7.90 +0.02 98.86
1.0 7.87 £0.03 98.65

WHELUE ANAINILIUUUNNE BT 2R PZT = 8.006 NFNADgNUIATEURAINAT ANANNUUILINNNNG1]T8S ZnO = 5.860

NINABYNLIATLTUALNAT

100

i//H
98 -
s
=
‘0 A
2 96+
@
bl
2
E 94
> 94
m o
—e—1100 C
= —4—1150°C
92 4 —e—1200°C
T T T T T v T T T v T
0.0 0.2 0.4 0.6 0.8 1.0

ZnO content (wt%)

71l 9 uAAIAHANRUS sz M A NIIUWLLANTNS A UE N8 ZnO MiBs s in PZT
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5. TA59851998N1ALDAUESINN PZT/ZnO
Lﬁ@ﬁmimwmwd’]ﬂmnﬂﬁmﬂgamiﬂﬁ%Lﬁﬂmammu@'mmﬂmmﬁqmﬂﬁﬂmmLeﬁmﬁﬂ (31 10 AN

71l 12) wudn AnwnzaesnsueNEIin PZT 134 dgdsadumaeniuyuuasnuinsunmiuialdanysnl

A o

Uriluagfog aanawaenmaiin PZT/Zn0 wudninsuasiaunaidnadiiiaifinenynia zno
AN TN AN H UL TN TUIBIUA AT UMY RTUINES WLdN Nguun)RTumas 1100 e EaTes
(5] 10) insuazianszinanlidesiu uinsinaynia zno luiBuinFesas 0 - 0.5 Tnatwin azinli
= = A A X VA ,
NIUTNUUIAANAT WALHALANLEHNNL ZnO NnTuasluiAes INaREN1TaAAIIBITLNALNTY
d o a Y - o A - o
Wananisiatsninlaseaineaaniaresasinun lupeu INGnNnguuna 1150 asAaaiaea (3u
11) azwiud dnouzreansuazizlsailumaenyn tazazdunalddingungidumes 1150 uaz 1200
aeAEaLEea (31 12) TuIANIUAZARALHaRNITENEYNTA ZnO wHtiNnaee Zno azliraainasiauin
4 a4 - 42 X4 aoya, 2 o R 4
nsuiadnaFAN BN nRNNINIY  Gasiiulddiniaiinguu)idumefiEniunumunisulasuulas
Tasea¥19qanianinnanfignmRgume aINg
IHANAN TN ANH UL IIIOUUANTNTBUTIVANUTANS PZT Wazisin PZT/Zn0 wudn azlanm oy
NTUANRE 2 UL AB (1) NSUWANANIBLLNGY (intergranular fracture) WAz (2) NITUANWLLEILNGY
4’ o 1 d” | o d”u/ 72 al [~3 £ =
(transgranular fracture) @adnmauenTuAnwadavluiaTTalddnreuinsui A uudassunnesiaaln
LA Y = = @ ) v P a Py i a Ao
nan9Af fraauinsuimsndansannnfasdana liseswanilasuianianiseaaun ld lussnnniangis
WI9LIIAININ
LINANTTUME 1100 asAaaiiea (U 10) azwuduEIEANLUTgNE PZT AzdnIsuanuULED
L e . v o e . A A a
NIUADUINNTALRL BT9RLLEIAININT U IIRNAINAITHANLINLINEEY WANANNTIANLITNNLL8Y ZnO
Tuiiunn 0.1 Fasazlnavnuin azinlfinsulawindnasuazinnsuanauaasinsuiudaulug wazidiand
AN ZnO MBI NINTU Aziud1asiNITuANANNIBLUBINTUHANTLANTLANKLLENLNTY 91inTuR
Hauradnazinisuanaineaun sadluldmiumauduiug Hall-Petch [Rice, 1977] Aina1941A91N

a

wdauseazudsunduiuauinnsy Ngumnd 1150 asaadeaa (3U 11) w@RnUIgna PZT JAnnsunnsnw

Y]

gauinsuiludiulug uwallefininifiy zno ez lddauiadnasunn wazlinnauananaauinsudunan #
AU 1200 A taEaa (1) 12) wedANUTgVE PZT azinnsuanauseunsuilunan uazidadnisims

3 U

13070 ZnO WaNNTW azyinlfinsulavunaanasuazinsuan AN LN TUNANALNNTUANKILNTU
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U 10 nndieaINndesqanssmBANATEBLLLABINIIATBITRLRNITINENNNTWNESN 1100 83ATALTE
[ (A) PZT uazianiin PZT/xZn0 e x Aawinfiu (B) 0.1, (C) 0.5 uay (D) 1 feuarinauimin Tnagl (A-

D) AN1&9a8ne 3000 Win

| FENR

sl 11 nndieanNndesqanssmBANATERLLLABINIIATBITRLRNITINENNNT WS 1150 B3ATALTE

[ (A) PZT uazlsnin PZT/xZnO e x Ha1winriu (B) 0.1, (C) 0.5 uaz (D) 1 feraziaanimin Taagil (A -

D) AnAn&9a818 3000 Win

g1l 12 nandhganndesqanssAtBLANATULLLABINIIATB9TRETNIEANINNTWMESA 1200 avAtAlTHea
1H8 (A) PZT uazidsniin PZT/xZn0 e x da1winiu (B) 0.1, (C) 0.5 uay (D) 1 feuazinanimin Taagl (A-

D) An1assne 5000 Lin
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anuan1snsaaeulasaivqanipaziiulidinafineynian zn0  adlwgsdin PZT  @1u19n

o ¥ A e o y
wWasuulamelaseaFsqaniareamsinedednau naaniznisidasuulasauining wetaaziuns
NRNUIINGNIIRIATENTELINTY AINAIAANIITAT99NITUNTTBINIAGITENINNTULRY PZT T
PWATBINTUANAILAAIAININANNANAUT TN WA IWRALT USRI dUNIaEN ZnO A ngl 13 9

aziiulfdramninsuazanasatingnia luasin PZT/Zn0 Wemeauiumsinisgns PZT

24 i —=—1100°C
\ —e—1150°C

—4—1200°C
2.0 1
E
i
8164
2]
=
[
1=
5 12+
S
u
A
I =
0.8
= .
[ ]
I L I ¥ 1 ¥ 1 . I . I
0.0 0.2 0.4 06 0.8 1.0

ZnO content (wt%)
91l 13 uaAvANANRUSTE NI ATRUNIUAUETHM ZnO MBNlwimsdn PZT

6. ANLALTINAURILTSINN PZT/ZnO

Lﬁ@ﬁﬁ%mﬁwfﬁﬁﬁﬂmﬁ’]mﬂnmmué’qmLﬂ?lmd”mmmLLﬁqwqq@g@mﬂﬁﬁﬁqnmLLuuﬁnm@%@ Tnesld
usslunaena 1000 niu IAnauanwisgl 14 aziiulddniaiveynia zno adldluaidng PZT arananiia
pundaliuimndinld wiidlefnsduluBuadiunntufasinlisanuuianasdnten Inagenndos
ﬁumﬁiﬁmnmﬁLmqw“lm‘m’éﬁmamm %qﬁﬂﬁmuﬁummﬂ znO lutfsunuties) (0 - 0.1) Azl
YUIANTUAARY ANNANNENAUFIBY Hall-Petch 1Hna1997119Un suaziluunassnaednIuLAy (stresses)
LL@zL‘ﬂu‘iﬁmmﬁﬁmmiﬂmuupdmmmﬁﬂ vnliAalawedu (dislocations) \AROUTEN B AN Tl
AallalanysnfresAnazanegLiinnieninauann (dislocation pile-up) wazaligsysafresnaniiead]
danaliianuieusedu o qafiiiaonalisuysnfiendney e 1Ennmewns [Rice, 1977] uenaniing
nsmaaesssaanAdasTuAEMLL  Ineideanurnmiiiiuasi e uui Ry saduna
H1ANNIFFENBYNA ZnO Thied

o

Ingluntianaaznanalddinisinunaunsltinaesriasnudslugsiin PZT/Zn0 1 slesauagiy

¢]
fladeuan 3 Usznisde (1) Ysununiaineun1aunlu Zno (2) AMELILULL LAY (3) TWIATBINTY TN 3
fladeiifianunendasiueg ldunfides  dswivainuanimeassiinaueliuds  wsetelafinaunig

nasesiifignnnsnagylddaiauinnisdineyniaunlu Zzno ansnsoinliiasiin PZT uiaaulsas
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2.0

4.0 - -
E / -1.8
| —
3.5 W \ 16 =
Q30 14 @
(O] 1 i o
-~ =
o 251 ® 12 =
2 2] ® 2 [ 8
e 20- \ //’:__ -10 @
T ——0 2
- L 0.8 £
i )
E= ) ey L =
i * L6
g 1.0 1 § ol / [ .9
- ] } ,l/ -0.4 E
,2 0.5 - Euo« - | 3
> 1 ° L0.2 ©
0.0 - s I ®
4 1] 0:2 LE) (1) o8 18 _0 u LL
_0 5 Zn0 content (wi%) i
; ——— -

! T T T T
0.0 0.2 0.4 0.6 0.8 1.0
ZnO content (wt%)
71l 14 uapsmNANTUS Iz IR A TAY N UIURR s uANAULEN AL ZnO MiENlwmsdin PZT 7

gomMnNTUmes 1200 aeAaites

]

7. Nt A lWWhaadEsIin PZT/Zn0
NANNINARBIAIBHALINENUHANIAIRAAUA AN IABLANYISN LAz lsB L ANNINIBALEINNNLF

AM3 PZT uazlaa1in PZT/Zn0 fisiseld

q

7.1 mmsdladianninuazunninasnmsgaieladi@nnaneasdsin PZT/Zn0
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a; 1 d‘ a a 1 'S al a a a o a a v =
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BeATALTE NAIND 10, 100 uaz 500 Nladsed uay 1 wnnudsed auas lHuanimaassuansssgll
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AUNANVNACUUINNDNNITIENAYNIA ZnO TuBunauiiinae Arasiladidnvsnazluualtiuanasldunn

= a

atdddAty  douruinimasnisgudeledidn  vanNgmuugiivestiy azwiudnlediniaiin Zno

¥ 1
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1533704 0 — 0.1 Fasazinauinmin axlANNAL WHHANNRNLITINIM ZnO WnNInAuazin lEF1anas 19il
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A a A

antif ladianvsnngmniasaziiudnieiniadin Zno Tuliunm 0 - 0.1 Fesazinaniuin azinldAAdh

a
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A A a

lpdanvisnanadatnadiulddn  wileainisdn Zn0  luFunaiinintuasiudnaznin A Suun THufay

a o | a0

Wnau  wernazldusansneiusnnedslidedndty  doudtunnimasnisgdelasidnvisniaAeudnameily
NN 8RPAUNIEN ZnO  duFudngrungiigzariAnindpasiulae landuliuaunnsin Zno uay
angvinlieasiladidnyanduwn inanasenlEuiunmadin - zno  Tnsaunsaiansanliainaniad

= 0.74 A) Zenandnsaiufadlesauaas 2 (r

laeauues zn” (r o

= 0.72 A) Auilullfigeinlenau

Zn2+

109 Zn”" aZldunuileseusinans Teavdanaliiindesineaandian (oxygen vacancies) 1ululpsaadna
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danalinnedndueialuiaeslaimy  (domain  reorientation) gnania  AwinldnAsiladidnyEnanas
wana N I En e B ameiaautiae uazvinliEne S lunnsanaanuiflud (aging rate) LN
AulU&ae [Haertling, 1999]

ariu Lﬁ'@ﬂmsmwmmm*’?ﬂm%Lﬁn‘vﬁfnLLazﬁﬂLLWﬂLm{mi@;tyﬁwmim&ﬁnﬁﬂmemﬁﬁ@\m@
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v Al v a o ' a = o a a a a < =2
ummﬂn@mmnu WALIFINN PZT/0.5Wwt%Zn0O Nﬁll‘].l[ﬂmﬂﬂ@ﬂﬂ'ﬂLsﬂﬁ‘ﬂﬂﬂ‘]_lﬁ"s‘w]ﬁ PZT «n ’Q\‘ILL’]’Q:’,L‘]'}LA
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— okHz i + 10kHz
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71 15 wanA1 AT lABLANYIENUBAEINANUTANS (A) PZT uaziasniin PZT/xZnO e x Wiy (B) 0.1, (C) 0.5

uaz (D) 1.0 Ferazlasunmiin laadanaaumsing

I
n

Dislectric loss

F
e

190 200 3% 40 o 100 P 200 w0 500
Temparaturs ('C) Temperature ['C]

a

91l 16 wansAunnasnisgyds lABLANYISNIR9LETNUTANS (A) PZT WAzl iNPZT/xZn0 Wa x Wi

Q
'

(B) 0.1, (C) 0.5 uaz (D) 1.0 Fauazlnauniin Tnadafinaunsine
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T T T T 2.5 ! '
10000 4 —*—FZT (A} ] —v—pZT (B)
—+—PZTI0.1 wi% ZnO —«—PZTI01 wi% Zn0
+—PZTI0.5 Wi% ZnO H 20 —*—PZTI05wi% ZnO
s000 —*—PZTHOw% 20 ] == PETN.0 W% Zn0
= i
< H o
= H ]
5 8 1.5
2 =2
6000 -
o o
o =
L] QO 1.0 4
= )
o 000 ©
= o
] 0.5 g
O 2000
0.0 ]
o T T T T T T T T
° 100 200 300 400 500 ] 100 200 200 400 500
Temperature (°C) Temperature (°C)

g1l 17 ApsiileBidnyian (A) uarAurnimainisgoyidaluglaeaninfeusedladianvsn (B) aevmsiin

PZT/ZnO W@umeasguuni 1200 avAmaiiaa InadnAfiAug 100 fladsmnd

a

A9 3 uaneAAslndidnvEnuazAuninainsgoyideneladidnyianaeadsniin PZT/Zn0 s goungi

al

£ a a
NeILATRUNNNAT

Frequency ZnO content Dielectric prop. (RT) Dielectric prop. (T,) T,
(Hz) (wt%) €, tan O €, tan O (‘)
0 938 0.0271 13121 0.5638 407
0.1 856 0.0540 7115 0.7491 407

10k
0.5 805 0.0540 7826 0.7491 399
1.0 701 0.0635 8047 0.9471 401
0 997 0.0043 10176 0.1625 405
0.1 902 0.0093 5323 0.1625 405

100k

0.5 854 0.0051 6202 0.1814 403
1.0 746 0.0032 6787 0.1806 400
0 1061 -0.0930* 10711 0.1667 404
0.1 948 -0.0841* 5522 0.0602 404

500k
0.5 902 -0.0876* 6399 0.0882 401
1.0 811 -0.0876* 6960 0.1212 400
0 1077 -0.1690* 12193 0.1706 404
0.1 969 -0.1592* 5944 -0.0067 404

™

0.5 927 -0.1630* 6913 0.0258 400
1.0 831 -0.1619* 7474 0.0724 400

uA1eLue): RT = Room temperature, Tc = Curie temperature, € = Dielectric constant, tan O = dielectric loss, * AN tan O Am

auliiasanniianszualufind (leakage current) ludinanuiasan
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7.2 antimslsaanvsnuaaasin PZT/ZnO
anuamsAmageUaTRwTsRdnyEndaeissasile Sawyer-Tower circuit Tinanauanslugil 18
uaz 19 wud dnmousvesnuiameifaressndn PZT Wavsuaniasin PZT/Zn0 ARUsumnaif
7n0 W94 0 — 0.5 Jaeiazinetnuiin axiiANauNa L& uingn (coercive field; E_) WAZAIANINAILUADLDY
Twanlawnd (remanent polarization; P) IndiAsariu dawsfinfiinadn ZnO Bunas 1.0 Sesaviae
vuiin agliiAnpeTiisansrniiaaaadntien Fauaadluangng 4
deRansaundanuiumasuremnnuEameiia (loop squarness; R_) ANANBULINUTANES

@ WUI1 |wIHN PZT/Zn0 NRBHAUNNTEN ZnO Tudae 0 — 0.5 FasazinetinmindAiauidlumassans

audameItgariAnlndiAsain (11979 1-4) WARUINIUAMIBN ZnO windu 1.0 Fazazlaeiiuiin aziian

AN RE NUBINIUT AN BT TAARAILAN LB

A3 4 WARANANANIN TR LANITBINS 98 LANYI3NBEIN NN PZT/ZNn0O

ZnO content (Wt%) PP . EJ/E, .. Loop squareness; R,
0 0.36 0.24 1.46
0.1 0.34 0.25 1.45
0.5 0.36 0.24 1.46
1.0 0.30 0.22 1.40

Wa2LWB : IAANAIRIIND 50 Hz, P, = Remanent polarization, E_= Coercive field,

P_..= maximum polarization uCch, E .= maximum applied field kV/cm

20 . -
5] (A) 14 (B)
_ / _ 1o /
NE 51 M‘E‘ 5
bt g
E 0 g o
E-w- S0
15 15
EY ; . : . - v T T
a0 0 0 n W a0 20 o P @
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- E -
154 {c) 154 (DJ
_n i
< En
s g "
I 5 o
.‘g L ;:. 54
3 2
LR & .10 4
a5 48 4
o 20

40

e

6 ﬁ lID
Electric Field (kVicm)

40 20

0 20
Electric Fiold (KVicm)

40

71 18 LL@@QNQ‘LAE@LVI@?‘%@‘II@QL"H?’]Q?WU?‘@V]% (A) PZT uaz@snln PZT/xZn0 Wa x = (B) 0.1, (C) 0.5, WAz

(D) 1.0 Fasazlnginutin InesaNANND 50 LHsmed

RMU5080024

38

25 {uneu 2550



Polarization (uClcm?)

— o —PZT
PZT/0.1 wi% Zn0
PZT.5wt% Zn0D
—*—PZTH.0wt% ZnO

Electric field (kVicm)

91l 19 AnmniznuEameITaneEin PZT/Zn0lnednNiAMNT 50 Esad

8. a9lnan1snnaas
s Y - — -
anmmasasansna Tasea¥wqania anifdng wazanimingwiiwewmsin PZT/Zn0
WU4Y 191N PZT Nwsiren i iasaasenaniuupanszninalasadiannszinia wazsenludnsea doumsn
fin PZT/Zn0 A uiummseIntiaazanaen i FuInNIsEn ZnO wazgun)idumneingaau Waldis Zno
Windu 0.1 Fasazlaeinuein d9na A N U uiLaagm e AN N u0 [ AN I ULAZI U ATBUNTUATAARS LA
A a = X o 8 v \ A o o ) an
WaRNLETNUNIIEN ZnO 1A Az A smuuluLazIuIATadnsul AN INALRsY. daugungia
fdl 1 [ ] % ] = d‘ 1 ] o/ o 3 1
WMBFNFANNAT LA A NUUILUULA ST U ANTURNN T AE UL A wstlsigunsnaglannduiug liatng
FaRn ANMFUN19RRRaUANTRITINATREINAN PZT/Zn0 WU9Y AN9uiN ZnO #9ua limsniniAanuuds
z U 1 1 I‘ﬂl a E% %” o L2
NNTL AIUAMNATUNIUABNITUANNLINAZANAS WANLINIUNITAN ZnO Fesaz 1 teatiutdn aslsian

Py | v a o a a = A o a ° ¥ ~
ANNATUNIURANTUAN INALARNALT8EIHN PZT ']_Iﬁ"eﬂ'V]ﬁ UBNANNUEINLINNITAN ZnO Az IiAAN

1
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A a a Ay A, \ ] P ' A a e a A a a
IﬂﬂL@ﬂW?ﬂW@qmﬂﬂNV@QNﬂﬂNLLWﬂmqﬂﬂﬂqQNuﬂ@qﬁm LLmﬁqﬂ\iﬂvLﬁﬂL@ﬂ‘Wﬁ‘ﬂV]ﬂquﬂmN@iqzﬂﬁﬂqmqﬂﬂ?‘ﬂqm

]

a a

N1aAN ZnO daugaungiigzaziaeudnalndipaaiunngng Piuiwniadin Zno douanifmslsaidnyiant

WUdNRA INALAsNAUNUSNN N3N Zn0 Tutae 0-0.5 Fasazlaetinniin wANU3N1n1a@sd ZnO windu 1

Sasazlnsinuiin azlantmmsistdanyiznanatantias
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AAUN 3 — ANANNUETEUINNTETUIUNITHAR TATIASY LAaANLAABWTSINALAALERSIALUA NN

wanBnAgaynauturasiniiaaanlds (PZT/NIO)
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NBdEHANEINEEINLAZENENATRINSANaYNATinRaeenlas (NIO) awisutusialaseaina
wazaNRresainaamalawe mmiues (PZT) duusnasinawEesns PZT fogdananaan s waown
ool - = Lo s . z - o
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uAnIuar INALAENTWAYNT YSunninisiis
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2. HANNFLATENEG PZT wazaaurluaanlngn PZT/NIO
2.1 asAlseznaumaAiaang PZT
AINNNIAFIAADUANALIZNOUNINARTOS  PZT  Uavika PZT inaniuayniauilu NiO g
fmsdaudi 0, 0.1, 0.5 waz 1.0 Fezazimeniimiin  WRIRTAEELENAREATANTTREIILLYRI5IR e NG
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Intensity (a.u.)

PZT1.0wt% NIO

A 'II Gl SN
PZT/0.5wt% NiD
» | ”

PZTI0. 1wt% NiQ
A A A -, . AN
PZT

- ! e o A

NIO (JCPDS 04-835)

Tetragonal PZT (JCPDS 33-0784)

Rhombohedral PZT (JCPDS 73-2022)

| i
T T T T

30 40
20 (degrees)

50 (1]

71l 3 uamaguuuniseuuIesRlendues @ in PZT/NIO lW@Wmes i goumai 1150 asAaaiioa

PZTN.Owt% NIC
M A RUEEY . S CER o NI

PZT/0.5wt% NiO
[P SRR SRS S S | WOt | SRR SRy oot 3 SR

FZT/0. 1wt% NI
Y, SRy TS SSSERED 5 Wl

1
| PZT
A O — S S ., S—

Intensity (a.u.)

NiO (JCPDS 04-835)

Tetragonal PZT (JCPDS 23-0784)

Rhomboehedral PZT (JCPDS 73-2022)

20 (degrees)

T T T T T T
10 20 30 40 50 60

g1l 4 uamaguuunisdeluwesAlenduas@sin PZT/NIO W@Wmes i 9o 1200 asAaaiiea

| PZTN.0wt% Ni0
e, _...'l\ o om P

| PZT/0.5wt% NIO
P A VY CO W " S

PZTi0.1w1% Ni0

o . A A A SN,

\ PZT
oy 11 A i A

Intensity (a.u.)

MiO (JCPDS 04-835)

Tetragonal PZT (JCPDS 33-0784)

Rhombohedral PZT (JCPDS 73-2022)

20 (degrees)

v v T T T T
10 20 30 40 50 &0

71 5 wansgtlununisideniuuLedendreqiEsniin PZT/NIO wndumes ol grungil 1250 e s

RMU5080024

42

25 {uneu 2550



A28 1 AAiumvszIindasamenin PZT/NIO LﬁmﬁwmiLm%um@ﬁfqmugﬁﬁmj

NiO content Lattice parameter
Sintering temperature c) Tetragonality; c/a
0,
) a () o ()
0 4.0296 4.1337 1.0259
0.1 4.0425 4.1202 1.0192
1100 0.5 4.0462 4.1202 1.0183
1.0 4.0518 4.1163 1.0159
0 4.0351 4.1396 1.0259
0.1 4.0443 41221 1.0192
1150
0.5 4.0481 41124 1.0159
1.0 4.0518 4.1124 1.0150
0 4.0351 4.1299 1.0235
0.1 4.0481 41221 1.0183
1200
0.5 4.0649 4.1182 1.0131
1.0 4.0687 4.1086 1.0098
0 3.9967 4.1396 1.0358
0.1 3.9769 4.1260 1.0375
1250
0.5 3.9679 41221 1.0389
1.0 3.9733 4.1221 1.0375

4. ANTANNNENWLRALESIAN PZT/NIO

dlethdunuaniin PZINIO  aimsdeUmAaMMIANEENNseen ATAa Hkaf
A9 2 uazsagtl 6 feazdunadimpiumnuiugeaaiin PZT u?zgw%rﬁfqmuqﬁmﬁum@fﬁmj thadl
prfitiaandnniafineyniauly NiO Iiadiasas 0.1 Tnetiwiin azinliasfindpaumnuiuiasnntu
NN gunAnIsEumes nssineuna Nio aslilu PZT azdealiiianisdumesuuumazeanas (iquid
phase sintering) %wzfn’qmm@mmﬁ%umﬁmmn@mmﬁﬁiﬂum@ﬁﬂﬁ&ﬁmﬁnu‘%zﬂw% PZT wiusialéan
&l [Nielsen et al,, 2002] aannsunuiiaaslaasy N2 #liRaeendiau vacancy Tulnsea$ranasenalng
%'\mz°ﬂfquﬁmiumﬁumﬂ§ﬁum PZT/NIO Tatinendiau vacancy tuazidsnstneinuaassszuinainsulsy

panel M s Annan sudNFI NN TN B9nalFA N UNILILANNINTY [Hwang et al., 2000]

LA a a . X L \ A P , o I
LLALNBRNNTTIN ﬂ?‘iﬂmﬂqﬁ‘uﬂm NiO NqﬂmuﬂzwuqqV’]']ﬂqqlluu']LLuuNﬂqiLﬂ@ﬂuLLﬂﬂﬂiuﬂqﬂuﬂ YNUUBRNA
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\Wasnannisiennia Nio lutlununnindnldunsnegsendweyninaes PZT dawaldidnsinistnem
N9ad"9 PZT anas Mdsasulaanguiddandnsasinunluaanings ALO,-SIC 989 Zhao waz Harmer
(1992) dnlpenAudanisunsresumiand ALO, argnAsLANinenIuNNUIaLYeLNTW IReLEINHNLTANG
tuderninisdumesaziianistalaunnasisszndnansuliing - uazifinatnssatiesainane i lissuy
a B | o o 2 a Ao X a . @ ° v ' v
Aanisuagsinaneuiu Asiulutdnaidl Nio unsnlwgsfin PZT/NIO fiazyinliifinstnaleuniaansld
Hasndnudnanliil Nio deualiiinnisvasaesngliainaneaedszuy (non-uniform shrinkage) naaAa
wasa b liiniuluusaziFinn dealiidgnsnisuasasmutenas vinliAaumuiuanadlildag  [Zhao

& Harmer, 1991; Stearns et al., 1992]

AN99 2 LARNANAIINUUILUNIBEINEN PZT UegnauaziasinunlupauIngn PZT/NIO

Sintering
NiO content (wt%) Bulk density (g/cm3) Relative density (%)
Temperature (°C)
0 6.97 +0.43 87.10
0.1 7.61+0.13 95.05
1100
0.5 7.59 +0.05 94.92
1.0 7.63 +0.01 95.52
0 6.99 +0.17 87.42
0.1 7.74 £ 0.05 96.64
1150
0.5 7.77 £0.01 97.17
1.0 7.82+0.11 97.89
0 7.39 +0.03 92.39
0.1 7.78 £0.09 97.82
1200
0.5 7.81 £0.06 97.47
1.0 7.79 £0.02 97.36
0 7.71+£0.02 96.30
0.1 7.89 £0.02 98.07
1250
0.5 7.78 £0.07 97.50
1.0 7.82 +0.06 98.00

NG ANAIINVUILULN NG =])289 PZT = 8.006 NFNAGNUAARIIUANAT A1ANWILULINNME B8 NiO = 6.67

NINFRYNLIATIIUALNAT
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5. TA59851998N1ALRUESINN PZT/NIO

AMNNIWENYBBIRIVBIIBENTBITINNNLFGND PZT uaziasndn PZT/NIO asuandlugil 8 fig 11 9

v
o

UUYRNNITUNSA uel 1100 — 1250 eeAEAEad WU Insusedersindanszilumasuiuyg
(equiaxed grain) AawauanswiUlInemfinusans PZT aziawansuilugfgaiiewnFauiiauiu
L1518n PZT/NIO

\Heansunseeinaesaniniivng auuginisdumeiminisineyniaunty Nio  Wsufuimsd

< =

NUSgVE PZT wudn 1dnisgns PZT Hawainsuilunjuasliadiana dgngunnn uazainnisdainasas
1Al o

WANTBUNIUALARIAINTANHULNNTUANATNTBLINTY (intergranular fracture) Tauans NI LINTULD

EIRNLEANS PZT HAonuudeuselaisnnn usladnisineyniaulu Nio Wil azinldinsuiiauiadnas
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wsiflalgnguegihadntiesuazseainazlsngansuuensuaninuuueings  (ransgranular)  HNNANTW

Uz ufun1suanaNaeuny  aakaas I NN AN NI iNNnnTy  deenaaziiluldisqn

ayn1ATIAuil N0 @1aazagireuinaulugiaesenynia NiO vieasarane1edudeszndne PZT/NIO fi

U

uld Tnennsniiaynia Nio visamaluindl Nio iluesflsznavtiavdosiinmnuudausstedzeuingu 11

TiresumninisilasundasiAnianisasnefadnun lufaun e

71 9 ndaAINNAB4qaNsTALBIAN ATRULLLADINIIATRIRATNIEFIHN PZT/XNIO INTFUMasH 1150 94

AR L8 (A) A8 PZT, (B) x= 0.1, (C) x = 0.5 uaz (D) x = 1.0

71U 10 nngaINNAe49aNIIAIBIANATEUULLARINIIALBIRINEIIRN PZT/XNIO lHNEumash 1200

a9ANTALTEeE e (A) Aa PZT, (B) x = 0.1, (C) x = 0.5 &z (D) x = 1.0
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31l 11 nEeAINNAeIqanssABIANATEILLUABINIIATBIHITNIEINEN PZT/XNIO  WNTWmesn 1250

B9ANIALTHE L8 (A) Aa PZT, (B) x = 0.1, (C) x = 0.5 @z (D) x = 1.0

T29a519n199801A10INANLENE PZT wazias1dln PZT/NIO aziliudinisiineyniauilu NiO
azdanaliruainsuiniadasuulaseeaiulddn  lnanisineyniarmauly Ni0 azantuIANIuas
atedalan  waziinisnszanudaresauansuiadaneNnIuAsgl 8 T 11 Wamawiansusamailn
mean linear interception azlAuafazl 12 HaNANIUNBNENATEIGUNYRTUNE FNUNAABTUIANTY WLIFN
4 as o o X L X g o 2 naad A XL
\Weiinguu)RTunefauiansuaziiingy - wetlillesainnisunsiiinldnTuieguu)igeauiues uas

uananilanaazianmnuiainnisdumesuuumaneanas  (iquid phase  sintering)  Naunsaialin
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31l 12 naANNANAUEIE NI NI AN TULRARITRTINRNLFANE PZTUAIEsNAN PZT/NIO

6. ANUALTINAURILESINN PZT/NIO
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7. anvanalwWWraa s in PZT/NIO
NANNINARBIAILNALINENUHANIIAIRAAUAI AN IABLANYTISN wazaNiTRWSIsaLan anaadwmsni
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IS4

A9 3 uaneAAsT lndidnvEnuazAunnineinsgoydenelaBidnyian o goungieuazgungiaiues

s fini3gud PZTuaziain PZT/NIO

Frequency ZnO content Dielectric prop. (RT) Dielectric prop. (T,) T,
(Hz) (Wt%) er tan O er tan O (oC)
0 1123 -0.0251* 23344 0.4994 407
0.1 1305 -0.0588* 14177 1.1250 408
10K 0.5 1109 -0.0221* 14444 0.9896 406
1.0 997 -0.0739* 13448 1.0361 404
0 1193 -0.0029* 18192 0.1528 406
0.1 1376 0.0133 11384 0.2033 409
100k
0.5 1165 0.0032 11552 0.2033 407
1.0 1025 0.0194 10444 0.2124 404
0 1277 -0.0867* 17897 0.3387 406
0.1 1446 -0.0736* 11510 0.1972 409
500k
0.5 1249 -0.0807* 11524 0.2043 407
1.0 1081 -0.0716* 10219 0.2205 405
0 1291 -0.1636* 21842 0.4135 406
0.1 1474 -0.1464* 11988 0.1730 409
b 0.5 1277 -0.1433* 12058 0.1851 407
1.0 1095 -0.1413* 10612 0.2003 404

ud1eLue): RT = room temperature, T, = Curie temperature, € = dielectric constant, tan J = dielectric loss, * A1 tan O

AnaLiilasanniianszualniing (eakage current) TTwauimsRn

7.2 antinslsdianvanuasidsIin PZT/NIO

AINKANIATIRALANTRNTIIBIANYISNI89@s NNLTgNE PZT uazigandn PZT/NIO Mgnsmnidn
maf 1200 uay 1250 avAIAEIA AoelATaia Sawyer - Tower circuit Nan1aMaaes AsgLl 17 Ds 20

' 4 a = as - = ! a a £ a

LAAIANFINNANS N 4 LHaRANI0NNgUNRTWMas 1200 avAtaEing Wudn 1weln PZT Usgvisuaziasniin
PZT/NIO 7ARENaunaiin NiO ludnsndaulutos 0-1.0 Fesazlpeiwin azlArauinaudeudingn
(coercive field; E,) IndAenriu Aran wasmaaaadinan lawmdis (remanent polarization; P)  19i3in1is
gnd PZT azilAunign Wadinaunia Nio asliaginlidiannaauvaesasinanladuanas uaziiiesis
ayna Nio i liiBunns 0.5 Fasazlagimin AanwasvaesesinanlsmduasiandiAssiusmsnings
gns PZT uslilewdinaunia Nio ililufiunn 1.0 Sesazlaatmin  Aranwasvaetesinanlamduay
anad Atuaziudinaineyn1auny Nio dsasianislaauulasran naanaesesinanlaady uay
dl a 1 tdl ) aa o a aa ndl ¥
iwefansanaaudumasnteuiames@s (loop squreness; R.) ANANBULNIUTANEITATN S

WU L19HN PZT/1.0wt% HA1Ailumaenaesnuiamesiannign
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Lﬁ'faﬁmsmwmmmmumm 1250 aqATaiTaa Wodn i590iin PZT 13gnanaziaanin PZT/NIO 7
fBnnunsdn NiO ludamdanlugas 0 - 1.0 Jesarlaatimiin azflAaunsaudrousingniindidseiy
Ananmpsvdatasinanlsisfuseasfindgns PZT %ﬁmmn‘ﬁ'@m Lﬁ@l,ﬁuﬂ?‘mmnwﬁummﬂ NiO
Faust 0.1 - 1.0 Jeazlaatimiin wlddanmaamdesestnanlsaduilun fanas wevnisfiansoney
ArTuvRENT89EANETTA ANENEILINUBANEITATIE WUdn 31fin PZT/0.5W%NIO AN
L'ﬂum?ﬁ'ﬂmmqﬁamﬂ?%mn‘ﬁ'a;m ﬁqﬁmuﬁudﬁmﬂﬁuwmm NiO aal/luafFanausine Huazdanaliian

ANTIUANNTRIUBAINETTATBUTNRNUTEND PZT uay [31in PZT/NIO wansnsiusanty

o o

A9 4 AnAsinnedesiuaniRmsTsgidnyianaesslnUsgns PZT uaziasiin PZT/NIO

Sintering NiO content
PP . E/E . Loop squareness; R |
Temperature (°C) (Wt%)
0 0.37 0.32 2.1
0.1 0.34 0.30 2.20
1200
0.5 0.36 0.31 2.18
1 0.31 0.32 2.27
0 0.53 0.30 1.11
0.1 0.42 0.28 1.36
1250
0.5 0.38 0.27 1.52
1 0.33 0.29 1.15
(A) 10 (B) "
g /1'0 n m g 5 ®
: - 2
Electric field (kVicm) Electric field (kV/cm)
(C) 104 (D) 10 4
g 5 ‘ 7
g y § '
g » » E a0 E .ln/‘/n n 3
E au' 44
Electric field (kWiem) Electric field (kviem)
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al
' '
a 2

waLEsd e (A) x =0, (B) x= 0.1, (C) x = 0.5, (D) x = 1.0 ¥azazlngunutin Inadanaanud 50 e
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71l 18 ANHILUBANETTATINTIANUTANE PZT uazims1dln PZT/XNIO gy
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Polarization (uClcm?)
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Polarization ( pC!cmzj

PZT/0.1wt% NiO
PZT/0.5wt% NiO
PZT/1.0wt% NiO

Electric field (kV/cm)
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