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ABSTRACT

This work investigated the improvement of properties and controllable grain size
of ferroelectric ceramic by using the system of BaTiO3-CoqsNiysFe,O4 nanocomposites via
normal and two-stage sintering techniques. For the two-stage sintering process, it was
divided into two steps. Firstly, samples were fired at the optimized temperature of T; to
activate grain boundary migration in order to obtain an initial high density. Secondly, the
samples were cooled immediately to the temperature of T, and soaked at various times
to enable dense ceramics without grain growth. Effect of processing conditions on phase
formation, microstructure evolution, physical, electrical and magnetic properties of all
ceramics are determined by using X-ray diffractometer (XRD), scanning electron
microscope (SEM), Archimedes’ method, LCR meter and VSM, respectively. For the result,
the XRD graphs confirmed that all samples were nanocomposite ceramics. SEM
micrographs showed the nano-size of grains for all samples and proved that the two-stage
sintering technique achieved finer grain than prepared by normal sintering. Dielectric
constant and dielectric loss of all the samples were investigated using an LCR meter at
room temperature to 200 °C with various frequencies, and magnetic properties were
characterized by a vibrating sample magnetometer. It can be concluded that phase
formation, microstructure and properties of all nanocomposites in the BaTiOs-
CogsNigsFe, 04 system  strongly depend on sintering conditions and varied with

compositions.

Keywords : Sintering ; Ferroelectric ; Nanocomposite
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1.5 Uszleninanninazlasu

1.5.1

1.5.2

1.5.3

1.5.4

1.55

Iduuanuduazanudlaiuguieatumasisusninuilunouingn nieuvs
ansafmudneninvenaiianistunoiuuudaiuliamsandsmessinuily
poslndnleslsdidnvinaitianumunuiugs wavaudAmaedingia
Idununmduazanudilafeaiudvinavessuusing o Tusewinanszuiuns
wisuTsongAnssunisuius dnvaglassaiienania wazauifvmaluiivesesi-
Snuluneulndnileslsdidnyin Ssmaideyamataziiunumddyluniadlad
nMswsuesinulunenndnfifaaniwgsanunsauansssansamlaeg1adud
wazinzaslumstlutszgndldauluoman  Snitadatsduuzuuimislunisii
TReuaziawaludnme

Anasdeuilmitadulssloniludaienns Snvidaldiuamenisyssiugiondn
wiluneulndnfifinunmgeiemaiafiiauinnadadafudldlfifuniseald
Pelgatu Fumngdmsulssgndlflugramnssuduivosgeainnssudidnnse-
IndiioandunumsndnuazanmstiinanieUszme
Fassesdmnudiuguliiumisnuuasyaansvesmhsnuiiisites savise
Ifn3sumumienuasiamuisypannsuasmhenulidueasuasndlanuidetuasy
Usvsziunmunlfiufivensuiilussiuniuasunnenild Wedulsslowidonis
Wy sIemansiazmalulad saenauenisanaivnssululssmalidainy
AmiwiafiguunUseme

ansniiauonanAdeluiivsspinnms  uasffisiweunsuanuluansasmg
FmssefunAkaruR  ufinseedvstng  ilelunsdiAnuiuasdoya

dwsutinseu UnfAnw yeainsiulug wasdaulalunisfinwnduadisiely
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1.6.1

1.6.2

1.6.3
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N6 FUYAFIU NTOULUIANNANYDILATINITIRY

LAZNITNUNIUITTUNSTUNNEITDY

Tuunilazgnanbmgufinertedudomwasasneslstdnmsn  Jaquilupeulnds  uaz
NIEUIUNSTUNDS duyRgIunazNIaULLIAMLANYEdlATINTIdY Mntuludiugaeandunis

A a Y ~ = o &
NUNIUIFTTRUNTIUNLAYIVBY I@UNS']EJ@SL@EJ@@IQU

2.1 nuf FUYAFIU LASNTAULUIANNAAYEIIATINITITY
Usngnisalmlesisdidnvingnaunuasusninelawn auea (. Valasek) Twl a.a.

1921 lusdnafevenndelsivad (Rochelle salt) [8] lngUsingmsnisleslsdidnvinde

'
=

Usingmsaiiiananunsaiininanlsiedulaiesdagliligniniisnihanawulninieuen wae

9
£ (%

Inanlswduiiietullanansandufieinie (switching) Talliolasuaunlnineusnivuigay lag
awulniiliduagsediifimgiluninmenuuduswanisidemendleddnnin - (dielectric
breakdown strength) dadumauulnihgeaaneuiifaniuaznateidusailnih lngazSanian

q

faunsaifnusingmsaimeslstidnvinddn SapmesTsaidnnsn Tnemsiialnanlssduvesian
deufvaunaliih il faniuasnansdnvasanzioonunfunudaneida  (hysteresis
loop) FdnuazinuBameitavesianmeslsdidnyiniuasidnvasiunnundegudmaeds
wandluguil 2.1 enguasdiuin  Weimeruduvesaunilwihlumanin  nanlswduasd
famslumsuanaaiavesauslwindly Taufediviinuvesmsinanlsstuldngsgn (an
sUABUIIN U 90 C) Zenqaiiin gauansAinatlsediudu (saturated polarization; Py) way

Sovgaliaualiin - alnanlsieduferlisnamnaudugud  uwismdodlnanlsiedudslieg
Fondn Alnanlsisdunsdne (remnant polarization; Py wazilewfinanuduvesaunulniiiluly
fisnsetudy Giemeay) sghlilnanlswduiimanasauisusnaiaualiindugud Son
aualwihivilfeinanlsedulugudd auulwihiady (coercve field; Eo) antuidioli
anuduvesauulnitilunsauinntu - sgdsnaliAnnisnduiiemevesmsinatlaidudasiia

Tudnwuzinerfuiemanduuindaalmanduinudamesdaduun



JUN 2.1 dnvazanudamesdavesianmeslsdidnysn (9]

'?aqLW@%‘Ii@Lﬁﬂm%ﬂﬁ’ugmLﬂqaaﬂLﬂuUﬁzmmN 9 Tngoduguiuuveamstinlnailse
fufsuivauulifivednuazveinsininudaneidatues  Jaguuuninudameitaves
FanuwloslsdidnvinudazviinTeuiisuiutagilifautfmleslsdidnvinviefitonin Tanms-
Biannan (paraelectric) Shiannsaudioonldidu 3 Uszuam Ao wleslsaidnvinuuuuni (normal
ferroelectric %39 FE) Juanwesivaslsdidnvisn (relaxor ferroelectric %39 RFE) uazuouf

wlaslsBidnm3n (antiferroelectric wio AFE) fauanslugud 2.2

P p. |P
E E
- + - Ec +
(A) (B)
P P
E E
- + - +
(C) ()

o

JUN 2.2 dnwazinudameiTavesianmsdidnvsn (A) Januneslsdidnvinwuuund (B) a3

wanesiaslsdiannan (O wazTanuaufmaslsdidny3n (D) [9]



sl TanleslsdiinyvinannsautseenldidunarsyssinndausagUssnitlands
LLaza‘”ﬂwmsLawwﬁimLoﬁulajdwzlﬂumamwaauﬁqmm (high permittivity) w3ofnan el
aunsausuanla (tenability of permittivity) lowfa1snay BaTiOs BaSrTiOs  PbTiOs wa
PLSITIO; Baimsngitagihluuszgnddusinfiulseq (capacitor) igamd1 DRAM fideuma
(phase shifter) waziA¥esazvioUdnTiTiUsEANBAMEY (high Q resonator) dauasieslsdian-
yEnnguiififielsdidnvings (high piezoelectric coefficient) fin1saduda (switching) vasln
alsiwdudlesgmeldfteulviivunzandomhluussgndiunsuainees (transducen) 1wulwes
(sensor) uwoAWIOWES (actuator) wazMemIWsY  (memory) @ldufians  PbzrTiO,
PbMnNbO; SrBiTiO; BaZrTiO; ay BiLaTiOs uaﬂmmﬁjuﬂﬁa’limaﬁiaLﬁﬂﬁﬂ%ﬂﬂ?jmmmam’m
Sou ﬁmmﬁmﬂwii@l,ﬁﬂw%ﬂqﬂ (high pyroelectric coefficient) femiluindumnsiaduaim
ou (IR detector) 33léuA SrBINDO; KTaNbO, PbLaTiOs Wz BaSITiO, wavasislsdidnnan
fidaudRlniwas (electro-optic property) flenthluuszandiluvenin (display) uazdnmes

(shutter) flausmunmluguil 2.3

High Pyroelectric Coefficient High Permittivity

= IR detectors = DRAM and Capacitors

Ferroelectric

High Piezoelectric Coefficient Tunability of Permittivity

Materials

= Sensors and Actuators = Phase Shifter and Resonator

Switching of Polarization State Electro-optic Properties

= Ferroelectric Memory => Display and Shutter

JUN 2.3 wnunnwansnsiansesisdidnvinluldenu

willunisuntagmieslsdidnninluldaudagiu asyjslimnuaulalufinsansuingunsal
SrwganuazmnsnluigunsalBiannsedndsng o as lusasiivsz@viamdwmavinfurseiiu
wngauielianansannmluluulaisuazazainlunisldnuunngwu #ananudeinisiies

a o

danalininidedruiuannruanauladnwisuadnieidvuluinewasunlumaluladifiosandu
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mansAAnwawme 9 luseavuluuns (10 was) Inedanudeinlussauiianauniiianay

9

wanauURLANA19INTEAUNNAIARE 19 EWT AstuludagUuinemansunuyniuuesiegs
AMuaUlanINNIsANEILazIdeNgIN VU I WINekaz U lumAlulag knuiady elmalulag N
Y o A & vo o & a A ) fa A ¢ < )
nsaINIIuIanvuladangafewmalulagineliuguniaididnnsetind daarunsaiiule
| ) Aa o w a < o AN A = A & aa < A
a8 anludiIndszaniu ldiasidulnsdniilafons anauimashUUNANNTYUIAENALLS B
a [ a a @ dg” 4‘ 1 v fa <& a & 1 3 2
7 luvaugiReanuUseansanigeausey 9 wuiu lneaglugunsaididnnselinddainanituaiu
[ ) 1Y) 5 a o a . . & Qy =& gy [y a [y
wauAaIndaneslsdiannin (ferroelectric materials) WUMSEW FaAMILLVARAdUREINY

[
1

tnidgluiamaneslsBidnvsniuunaulaulvineuazunlumalulagvesiagnauiiae laeisuy

9

s

MnNsdnaszinesianmeslsdidnninlifivuineuniadnszauuluuns wazn1susshvg
windinliflassaiiganiadnssduuluuns eflsAnviaudintaqmaduiansesnuiieu
Weutvauifvesianifvuineunauazlassaieganiaszdulilasunsdadurununivesian
wleslsdidnyinmly eehslsimunswiouasiesTsdidninlsivuneyniauazlassasng
qanadnseduuTuuaillddons Wewnsssuwfivesianmsfieyniala o zegludanin
Souldoehaaiostursdosindsnunelunnweiivregufundanuaindundonls dansdu
ﬁ";aq'ﬁamﬁ’wummjumgmﬂLLazmssusJ’]stuu’msuaamiuﬁ’uﬁLfJumi%’ﬂmam@amaawé’muammﬁq
fadu enanamldioumaviainsunnadnssduulumnsasintusazeglfosateslusssu-
yidudululdenn Memmiiomnidesuaunnsdneeudunimisnisie @ nutunade
vl 9 ieflaznostaguleslsdidnvinfifvuinoyniauaglassairsganirvuindnsesuunly
waswiousnsanmillfededaaiosld Fenrnanumereumandvinldimadala 9 luns
wisnasiintuinnueliirendumnedna Solvothermal  nszuaus Solgel thermolysis
wAlla Electrodeposition N32UUA1T mechanosynthesis Lagl5 colloidal templating g
tuldinussavanudnialuniswievansnestsdidnninbidnuaslassasnauiadnseauunly-

[ YRV aa [ < a ) = Qy [ a
waskanigignisaanags edrslsimumaluladuasnisiaunluiinsduandsaaiinnuneieny
Auaimnadanazisnisivd o Welilddanuuindnuazduszaniamuiniigainduuinung

= a = v & A a . . Y =
swlvdanatinniswseuanstmdwesidouiluneulnan (nanocomposite ceramics) a8 @3
wallatusnnzanunsawmieuaisiiiilassadvegluszduvuluunsudidiaunsadefunisdn
Seaivadlassaianaiuielidedeautinianasuanieonunlanuaudenis

wsdnulureulngs Ae ws1inAusENaUMgaIRlsENaUNINNINEBITRATWlULNSINA
(Y] alld 1 v d! =1 [ [ ::l' [ 1 I =
fulagiiegndeemalamaniadivuadnseauuluuns Wnefwadnanaunsaegluguvewin
(crystalline) Aawdn (semicrystalline) vi3oedugIu (@morphous) Fanisuriansiinuwilie
TugUvenunlupeulndntusuinsfinwiduaiiuinit 20 Yuds lag Roy wazane [10, 11] lagle
naapusstuianuIluaeulndnseniaefindulaneNdunseaigitlea-laa - NIRRT IEY

Y] Y Ay y v = =% = a a o =~
aﬂwmgiﬂiﬂai'm‘ml@‘ﬂ']ﬂﬂ']ii“ﬁLWﬁViuq 9 IugﬂsﬂaﬂﬂﬂNaﬂﬂLLﬂﬂ@@ﬂﬂanﬁigcﬂqﬂL‘V\la‘WaﬂI@Ullsﬂu’WI
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ogflurng 1-10 wiluams niewiwinnauAsuulasdindiuesilssnoussrinaesintulansie
agndlsinuluniddeiuaraddoss q wRldldinslimionmenesinulurenindnetng
Fonau aunseiislud A 1991 Nihara wazae (12, 13] dlflenuuazdesuisvonssifinuily
poulnanlfoehadumams wiouishiaueranisnaassiiaduayuinsniinlassadng (structural
ceramic) uaztwsdinieslsBidnvian (feroelectric ceramics) Aflassainsgananuuilunely
anthuannsauansautidanauarvautineiihiini s indiiflaseduuusssan JGE
Niihara ladauusUsznnvesssiinuluneulndnnudnuuznsinsesiivoaandn  (matrix
phase) wagiasee (dispersed phase) 67'5@LWasaqé’fﬂﬂa'n%ﬁé’ﬂwmzLﬂu@ymmmmﬁﬂizﬁum
Tuwasnsznedegludowninfifusandn  TeewuhdnvasnmsdaiFeuasnianszaiedai
safuiudmwasasinulurenlndnildunneiu Sudnvalasadeiidululdmunnanues

Niihara fuanunsawuseantavliu 4 wuu (Rauansluguil 2.4) dsil

(n) Intergranular \JulAssa319NaUNIATEANANTEINLIEIRYUTIUVBUN TUVBLD

wslinanan - Felassaiisuuiinuinzdieiiuauansalunsnusiogumail

() Intragranular \ulassadrsfioyninvesanszatesieguinuniglunsuvenie
wsdnutandn ddlassadauuuinuinilitasdienunieuazanundusafiunn
Fuiiles Mneymafinanazaesdnamandeuiivessesinilanadeuiiiunsy

(A) Inter-intra-granular \Sulassadrsflayninvesmanszat sy iausnaouinsy
wazngluinsurendiowsfinmandn ddasaiauuuiasfunawammuau i
yovsaeIULTind N e udndaetu ua

(%) Nano/nanocomposites \dulassasnsfivamandnuazanszaneduunadnoglused

wilung Falassaauuiiagyiliianiianuganguassn



(n) ()

(R) (¥

JUN 2.4 waidnuilumeulndn 4 wuu auwwiIAnYes Nihara lag?l (A) intergranular (¥)
intragranular (M) inter- and intra-granular wag (4) nano/nano composites (AVTIUNULWANESN

LATAMIWNULNETDI)

agdlsinuenananlaiuuudiaedassadaeninuiluasulndaniuuwifnves Nihara
fudumsnuussrindalasuilueosindnunnififisswuuseosaareshiuiidulassasg
yosulunoulndniiuiade Juili Kuntz uazani [14] iausuinAnnsinuisUssinnvoassin
ulupoulndnmudnulnssainaniatuulnl fuanduzudl 2.5 TnsuwnAnues Kuntz Gl
Tanindimandniilassairsgamaidundnsuiadnsesuunlumns (nano-crystalline) @i

soazilanuwasratevatnkanea1eiulld Feanunsanudla 4 wuu fadl

(1) Nano-nano  composite  \Hulassadrefinamandnuasiasesfivunainanewiilaes
PUIANTULDENTT 100 WITULIAT

(2) Nano-micro composite \Julassadrsimandnifundnuundnseiuulumns wasiinases
ualulasunInIzeiey

(3) Nano-fiber composite \Julassadnfilandnifundnvumdnsesuuluwns wasiinlases
Hudule (fibers) Aflvuiadnseduunlumsnszaeiiey

(4) Nano-nanolayer composite \Julassadefiandndundnaunadnssiuuluwns wagi

Usnamaulnsuveandnmaifiviasenisiegiadowdutu o (ayer)
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Fednwarlassaivesinuluneulndnivainvaiell  uenanaziiluianiinnumien

WAYAULTITININTULEY SadnalauTRduiuaniaonuIainalednaie

(m) (@

UM 2.5 widinunluaeulndn 4 wuu ALLUIAAYeY Kuntz Iagd (1) nano-nano composite
(¥) nano-micro composite (A) nano-fiber composite kag (§) nano-nanolayer composites

[14] EV1NUn@van wasdaknuwasa)

Fangailisniunidednunniuindnwiaguilupeulndawaznuinuenainaziiauds

v a v

fudanuazuanisllanianlassaiiunind Suldnvarimsuisegieilidannsonuldiaglu
fanlassadround dawaliiAnnisimuiedeteidosaudadutagnisnisisiuiuann fid
guassregavilsitnitenansngunanedunsstuiuffonstusulimsssuiadeiifarum
wigdlilnefidinssnmauinveansulioglussduuluunsillduidosfndeudisn e
ndUgrnisiulauesnsu (grain growth) Fuloldsuenutou
MINATUTINTLEUIUNITHUUGT (densification) %aﬁa@ﬁ’u%L?fumﬂmsﬁwmaymﬂ
PUIALENLDATINAWTENIN 1HASA (green body) %aamwmLLiiusuaaLﬁ@é’mssﬁuag'ﬁuLmlﬁam
yusEinseynIAvesnsiiinanusdliinadn (electrostatio) UsIUABING (van der Waals)

v v

ezl sIAtuYeIRInt (surface adsorption) lngusavanilagiagannlueyniaunlundudani

WY (hard agglomerate) uagiilofiansanludaneslulauniindluisaavanisuafivesgnunun

a

xnud Jngundvinadnignazdmalinfanisududiludnsigeangalaengnguiiawn gty
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laildFesnmaifivsgumnifigandniby uissiosnisnailunisliaudouiiuiuniidndedaas
annsafdngnguliegnadise danslinnuieuiiganiiwazuiunitduesiidmasonisaiugy
ywavannsuialaulivildoninndsdu uenantswsuiifiulnguaznsegivinasey
insuturidnludnennisindeuiivesteunsudswalinssuiumsuiuiafioliiAnAam
wiugagabehldennnntu FdussninszuaunsliaudoudiolfiAnmawiusatu mngwgu
fananivunadnniueingfegemauazmgluluiign luvasisnguiivuelngnitvuia
AngRaziadeusalusgiveuinsuunudsnaliinenuunndos (defects) Tuilotantutuies Ty
nszvrunsiaaseuutfandioliiAnnisutusiidond nisumes (sintering)
nszUUNTTUmESANIsaRteenlallu 2 wuu Ao MaBumesuuuaniuzaIwla (solid
state sintering) wazN1sTUWOIUUUMEYDIMAL (liquid phase sintering) lneN1sTUMBSWUY
anuzasdaiuandunssuiunsuiufvesmsdafifiuianuzvewdafotuvidy  daunsdu
wosiuumlavesvarzlunszuIumsuuive e ifvlavesvantufeitosiues  uen
nidfimstuneiuuudu q Sndwandlilusuil 2.6 Tnefinswestan A-B flosduszneu X, 1
Aansumeiuuvaniuzvesudeigamgd T, uiidelfgamgligeiuludnd T, asfanistunes
wuuwlavesvian widlerfiudndutiiasveunavesvadlinniufasfnmsdunesuuumslva
wiln (viscous flow sintering) #sdsralvianunsaiinmsusiusildetnauysallasiilsiviiligusis
younsuAeul wenmnieinsruiunistuwesiifumanauiussiawareanaiuazaniug
gowdadendn nsumesuuumaveuains (transient liquid phase sintering) tnglu
nszvLBumefuuuituanasdivlavoananiniy Mntulavesarasmelumeusina
vosuddlvinszuaumsuiusiiiiudeldsiogisigumnd T, luguil 2.6 Faduguvniifiegnie
WumARn  (eutectic  temperature)  tantoeviliavesvanintulutusnainiuma
vounararmelumiaiissvavesuddlinssuiunstumeiiiiudeluauadodu edmnuiey
Feufuszriamstunesuuuanuzvesuiuasuuumaresmatunuhnmsiumesuutilaes
wanzannsamuaudnvulassaimamaldiniy  wardialdaelunszuaunswdndiiiniius
aulfu1veg1vzdesndcne Wy andiidang lunenduiundadusiuieddeanisldusslov
Mnautiveusafieguinameunsufiiuisiduasdedifnnsusefiuumaronna 1wy

136983 ZnO wazdNuUszanatsdu SrTio,
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T
T f}/’ liquid phase sintering
o 3 viscous flow sintering
= [ Tmp
2 »
@ T [N + transient liquid
] > phase sintering
a D P
% N
= Tt _ -
solid state sintering
A X, B

Composition

5UN 2.6 UHUNINNITTUMBTUUUANS 9 [15]

a

nalnvesnisundumestuszsiunisldonngligaiieliosnouvesaisiianisunsidnlude

Y Y

imeiulduanniy lngusnunouniainsieuseiuiisend Ae (neck) Feazilaunuiiiudy
« a s < 1 v & % oA

598 9 lnglunszuIuMmaEnTumosLuLaANUEYaYe AvanunsanUantidy 3 ssuzaigiu Ao
srezuIn (initial state) s¥e¥nas (intermediate state) wagszezgnviny (final state) laginis
Wasuwlamndlassadieaniafianunsadunaliannssueiiaureinssuiunsdunesiaasy

Tumn15199 2.2 1aziiinaaInNIsITULNDSLV N 0 ABUYRIANTLAANITLNS LI MINUY WaLLYaL

a o 1

Anfuualdlivaeusiy Winiludnvuzvessesneniliiuniine Wogumgluasianiugduneiog

[

birainn1ste dewalvidoritaniglusenitansuiiuanas vilianstanumuinuugula wans

agun 2.7 dmfvgamginlelunisindunesiu dneansliusgnivinneisaise1vasinis

Y 9

= a (% !

vaaumadINganlidnia Tuvaeinsansviafedtuuainnuuignsuinnitaslivaeumal uay
nanfildlunszuunsndusesiidutdedenddguin Tanuduiusivoamgiilunsundunes
Inenss naafie Neangigeesnenvesansaziianisunsed1esinds Jddalunsnndumesdu

Y q v a o ! I3 Y v = v v o X
widldgamginnisunsasdululiednadt q Fsfeddiailuniswniuiu



AN5199 2.1 N15AsURUaINIASIES 19N NISINZULADS [16]

szazni1silasuLUag

MsUATURUAIINATU

syazlsn (initial state)

JyeenNaN (intermediate state)

seuzganng 1 (final state 1)

iwz?jﬂﬁw 2 (final state 2)

AvithveseunAniliaUseUIEinsinduve
LAY (grain boundary) tinAe (neck) wagiing
\WaNABLANTUNTOU 9| BUNTIA AUNTUATDEAY

Savay 12

'
a A

finsvadivessidaideusesyninaduveunsy Ty

AaLingNTULiTuiinsulnveunTUEE et 9
snsuinduazidugla dufaninduainnism
Ingdianuvuiwiulszanusesay 92 JTUliaTY
TEVINUAUTDUNTUILTA TINTTUARIVBITNTUIL

WusIAnuuIRUD NI
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Diffusion

Raw powder Grain
r- Li
L. Grain boundan
Sintering
e - Pore
Molded body Sintered body

(n)

()

g‘dﬁ 2.7 (n) aNwULNISAAABLLBAISHIUNTEUIUNITTUNBS kAL (V) ANWULNISIAANTULAY

Fosinaneluseninansuiianasdmalvasiianuuinuug [16]
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dwSundsnudiuindou (driving force) fdlunszuiudumesiuasifunisnensuana
NANUTINTENINTRUABLNEVDIDUNIARY Farmdsauiazaiiy YA ey fla Amdsu
Nz (specific surface energy) uaz A fo Nufifinsan (total surface area) vousindn @4
nMsanAndanusainsadonduaunisléin AGA) = AyA + yAA TaensiUdsuulavesen

a v w6

WU Ay  AFURNUSAUAIUAUILUY dunsasunlamwesituiiinazduiusiuay
MeUYBUNTY (grain coarsening) Tnelunszutumsdumesuuvanuzvosudaiun Ay avduiug
fumsunuiisessiomavesuds/fasesessemaveadyaondeiaguil 2.8 FsmsanAmdsay
ﬁuﬂammmamaaﬂuﬂugﬂﬁuaqmwwmLLﬁuLLasmiLaUImmmiu uazlneyhlumnusoyniadl
ynoglutae 0.1 - 100 Tulasiumns Andsnuiufiaruaswifu 500 - 05 J/mole Fsdientioy
innmnifsufusmdsnuiildlunisiesivetesdusenaveenledilaeiluasdidnsn 300 -
1500 ki/mole widuiunsdlvesnedafifiiuineyniadnseduulumsiunui fufasuwasan
w§usdidueninnsdrauelideswesinn  dumneionasdileiudsuay
annsamuanANEINumails fazannsatifudnuaslasedqanaiivsfetune ndsiu
nszutumsBueslathues  Tnslunszuiumstumestuansautassinnuessuusiidmase

ANENInsatuNsumearanuglassaiganialiilu 2 ngu fe

(1) Fuusvesiay (material variable) Fsusznauluse JUINVBIHE YUIAUAEANT
nsvefarems nMsingiauty anududederturesnisnan ssdusznouiad A
Judlou uarUTinamsdiniug Dudy

(2) Fudsveenszuumamien (processing variable) 3szneuludneg gamgll e

ALAY UTTHINA kaZENTIN13TW/Aesgamgll 1Dusiy



19

Ay A

Densification

| AN
A(yA)
vAA Densification
Coalsenlng and coarsT

(% ]
~ )

JUT 2.8 Unngmsaliuguiiiaduluseninanssuiumsdumesidlelasundanuduindeu A(yA)

2.2 MIUMIUITIANTIUTINE T

mManerenniinadaiig q wWanlddeuityvngAnssunsutuiuaznisasanmaniy
Huulueosindrvoagsdnliduiindunanuuds fudunuidoves Gierlotka uazany [17]
filsiusediugs (nndis 10 GPa) Wantrglusninamsdauarlimnuierlunsussivgiosin
ulumoslndnngulassadiasening SIC Audanou wenniflen uwaglavsneg Fanuanismaass
WUIEBNTaMUANANN MYBIHAR Samiildfenndendiulsivanzandsznoulufe vuin
puMATsENSRILArA Il uTendndn  dndiuesusznevtesanaiiidenld  uas
gaunpiuaranudulussyinnszuiunaeios  wenanissdinisinesfnssuuduriaFoundy
wlupeulndnlagoduinatan1sBumessiniuanunueadniie  Auduawideves Duan uae
Az [6] Feusnatnazyhnmsdumesiesfinuilupeslndaszuy ALOY/TO, MEANUAUGIUAITE
MALALES MgO Afoymavuadnsyiuuluunssnnilufeiiotioduaiungfinsunisuiush
Tty uardervaomaiulaveansuriiliannsansanmuonnsulieglusuresnlunouinds
WY eglsfnumeiianisfuweismdunstinudugsidunssuiumsilindanudeutns

wn dndesedldgunsainsmanedugaianunsanugamniuasusaiugs q 10a sauludisansi

9 Y

' (%
4 = 1 N =

donth unUsghvgnavdesdinnuiesrogamaiivaranudumanil ¥

<9

[ [y 1

NIMNIZNUNQUIYIIHNLTS

[ '
Y [y 1 =

lAssas ity setusadiinddednnaunilanuasiudeinneiilsdennaziimatian1stunas

q

wuvBunlgndanukagateenIuAnwinisuseivgunlureulnds  Funaansduwmesiuy
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wondinAiduiidonihiaulafidonuilsfutunuidovesnguues Biswas [5] uaznguues Li [18]
AlFdeniimadanmstumesiuualidanatan (spark plasma sintering) snwamn@audunisi
nszualiiidnensgdulussninenssuviumasdon  vilvldSuesinunluresindniifiany
wuuiugannseeamgiiuadldssoznantos (gean 20 wiil) TnefdinEnimnsuuadn
seduwluans i liTues uennigadimsAnvmsunesluussenniaveuiaseaty
IS Gustafsson wazamy [19] Ailgvhmsdumesiesinuiluneulndnszuy ALOLSIC lu
ussemevesialulasiaudsivsravanudiStlunswSsuesfinulureulndnanuvuiuiu
addfiduened  egslsfoumneafeilldonsosaniududunidumeiadtaldiegs
wazrd v insruuiireninadesiuiliansawienduulunoulndnldognadisa

< e

daeninnestsBianvsnuudndlymiluGewsananudeulylelifuaamginigiu  8nii

¥
oA

wnsuvaseinnaudsniulsduladedislasuainuseu vlvnisasaniwanuduunlussulngs

9
¥

voursin  nquiluSesivhmenn Teetnidvdnivgfiadladnuuiluneslndnveasiin
welsdidnvinagnanidssliymmaifaUfitenvesans uaznslaveanTuimonsNaLasnaLNe
dwefadly  FeuenanazdrelifsgamginszuiusSonvennlunesindnlianauddaiag il
AMNALULTIRGE Fugunuideues Corral-Flores waz Bueno-Baques [20] 7ilddnwaunlu
aoulndnues BaTiO; fiu PVDF ludnwairlassainenineg lidaunulassadien (1) syniaunlu

BaTiO; Hesagluiumsng PVDF (2) sunauily BaTio; Heiegludulewilu PVDF (3) wdulown

'
a =

Tu BaTiO; Tum3ng PVDF uay (4) BaTiO; fusieunlu PVDF dwnlassaiasisusewmaind
uanssfulukazuansautRviunnaatuse ogslsfmumaisuiiisufuinluneslndni
Usgneusgisdinieslsdidnvinifissesadeadlafdinsninundailidianstluly
nulidesasliy

Mnfegnsmdfeiinandneduiuasiiuliinduud BuneinfideddTangunsalindes-
fouasmalulafdugs Snvisdifesmunuiiafuneuenuansegisdaiimududounn  Fesende
Aruunganizdiy. dsoradesdaldieifiuguidiimngtumslussgndldlusios naaes
wadniegamnTesstmalimdsian  SeiliifedundadadiuiedomiFainld
Hpafinsfumuaginuimaiansdunesuuudaiy TnewiluAnuniasulsndndidinase
NITUILMSIUIUFIBEITE Fefnudmnninamsanuaunalnmsunsvesgnguluseninenis
Fuwesls NzaunsanIuauAIAUEUILILLEzIwIRNTUlAUAY Aurunuideves Cho uay
Az (211 AldAnvBvsnavestoyauariunounisiumeififinatonumuiiuronesfinuly
poslndnluszuy NI/ALO; leeuandnwiadsluseninnsyuiumsuwestsloun  gamgd
e werusssmAlunBuees Mnduhmasenuuutuneunsumesliinginssufiunnss
ffupanly 1wu Wussemavesufdlalasaulunieutunmadiiugamadlud 700 oo udusfdly 2

Hilue  Wisuisuiunistivssenmeavesuiialalasiaulunseuiunisiingamgiiluin - 1000 °w
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wrangungiianas Fafwuiuuuusniulianmnsofamauiusildegvanysaiuiilasadiou
ulueoulndmAnty  Tusnefuuuiisoninnsdumesosanysaiuaziirnumuuiuiianus
nsunduilvuelvgindn edanemiaseiditlinsuinnisesnuuutunoumsiumes (sintering
profile)  Iifmgfnssussfufannsomuauaumuutuiasdnuusnsuiiandietuld  Fonn
ihlldfuerinuluseulndameslsdidnyinszusduy 9 Amednavanunsamuaudnwoe

lassasganianavlasulaniuainudeanisiuniu



UNNA 3

A5andusuiy

Tuunfiagnaniansifennaureansiieg asalvazaunsaiild nszuIunIswIeumNs
NEL  NSTUIUNISIASELETINUIUARUINGS  NTTUIUNNSTUMBSWUUUNAWALLUUABDITUN DY
WANABALISNSALTLUNITHIIVFBUANWULLRNIZUBIAT g 19w aule  Fausenaulumiewan

Antu audfinienienn lassadegania audineliih wezantfnawivén lnedseazden

2e
=De

3.1 ASLERNNFUVDIETTA2DENS
ansidenldlumsvssiusdueninuluneuindslulassnuided fo ansituuSeyln-
wwm (BaTiO,) wde BT JussdUszneundn esain BT Wuaswleslsdidnvsnlsansnsi
(lead-free ferroelectric) fifiUszAnBamgann aunsaUszendldnuiugunsaididnnsetindld
pg1avaInvany 1 FAvUsrquaznsuaiieed §a BT duhenduesiinflannsouansauts
wleslsBidnmnlsidususniignAununndunaiuiunin 70 Yud uiAdsastinsfnuuazian
ogwaidlesnauiedaqiiuiomnantifivenion uazarwannsalunisusulsanifnazlngs
aadielvaenndastumaluladiivuatonasanat Sdumadedifidendnw BT fignusulss

fa a

muanswimantaveadiliameslsd (CogsNigsFe,0q) 150 CNFO Trieglugu BT-CNFO \ioean
wuinflenauasaesiindeiuudsinduianiaineslsdn (multiferroic materials) s
675@L‘Vimsé’m%’umiﬁﬂﬂﬂisqﬂm‘i%’mmwwmﬂwmwﬁﬂﬁ (multifunction)  @enARBITUAIY
foamsvoanalulatlutiogiu TnelulesenuideillfiFenmiouasuuioulnmun laveadiiia
weslsd wse BT-CNFO  Tiegluguveusfinuilureulndn leeflanseiidu  (1x)BaTios

(x)C0gsNig sFe,0q i x = 0 0.05 0.10 0.20 @z 0.35 MIUSIU

3.2 gaafifild

321 ssuBsulnmusdifivuineynassduunlusng  (BaTiO;  nanopowders) A2
‘U%?j‘vﬁ( 99.95% WanlaausEn Advanced Material

3.2.2 miﬂuaafﬁﬁl,ﬁaw\laﬂiﬁﬁﬁmmmaymmzé’uuﬂumm (CogsNigsFe, 0 nanopowder)
NaRlasuSEN Advanced Material

3.2.3  Inahilausanegeas (Polyvinyl alcohol) nanlaausem Sigma Aldrich

3.2.4  nmuea (C,HQO) mmu%qwé 95%

3.2.5  n1U (silver paste)

326 ndu
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RG]

3.3 gunsalitld

3.3.1

3.3.2

3.3.3
334
3.35

3.3.6

3.3.7

3.3.8

339

3.3.10
33.11
3.3.12
3.3.13
3.3.14
3.3.15
3.3.16
3.3.17
3.3.18
3.3.19
3.3.20
3.3.21
3.3.22
3.3.23
3.3.24
3.3.25
3.3.26
3.3.27

AsDImTNABUMIEEIULTesTdlond (Xray diffractometer) Bta Phillips U
X’Pert MPD w@nlagus®sv Philips UszinAgoaaus
nADIgansIAIBIaNATEULUUADINTIA (scanning electron microscope) U JSM-
6335F wanla Ut JEOL Uszimadiu

1389 LCR Meter $u HP-4284 nanlaguitm Hewlette Packard Uszinesiaide
\3aensIdeuanTRuLAgn (vibrating sample magnetometer)
\3estaRineanuazidun 0.0001 N3u Ju GR-200 WARlAEUTEM ARD Company
Usginadlu

wlWiausumnas nanlaeuien valud Ussinelne

AouaTaMQl 200 °% Ju RE 53 nanlagUSEM Binder Usvinalgasiu
\resungonaNansiEgnuea (ball-milling)

\3esdnsyuulelasdn

nesillosasdilosiuuninea

PIananaRNwIoNNUn

Uturien

anuavinanezgiun

FOUANAT

AUAY (forceps)

Wiy

Jnnesuuin 1000 600 250 Wwaz 50 Haddns

HINT94 (sieve) UUIM 325 mesh

PTWNTITOU

nszavergiilouvlosd

ASNUARITYINAINNEN

LL@Jﬁ@JWTamﬁW%’U%u;JU%mm Wusgudnans 12 Taduns
fdmsumansinainezgiiun

ASTANENTIETLUES 600 1000 WAz 1200

MaRANYA#ANT (dropper)

NIEANYY

VINENSURNLON U
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3.3.28 a3UdeAdMUAUTUII

3.3.29 WIRNIAULIAN

3.4 NSTUIUNITHATUUNIBEN
Tunswsouranussulnun-laveaniinamestsds  (BT-CNFO)  TUSuaINNISUING
wussulnig (BaTiO,) wazkalauaadtifiamaslsd (CogsNigsFe,0q) vuinaunaaglusediu

wlunskazliANUTaNSINaNAUMNEnT  (1-x)BaTiOs-(x)CogsNigsFe,05  NdndIueIA

'
U aa a

Usgnauidu x = 0 0.05 0.10 0.20 uaz 0.35 lagthansinumsishelndestsidneannuaziden
a¢ wadlumawanainfiussggnuaszaiuld nduiuenuesaadluifiolusirislumavdedu
dmfumsungesil  Dashmaaliainudailuundesdeiedoswngosdsgnuea  (ball-milling)
munluguil 3.1 Wunamnu 24 2l vdsnuagesasumunafifimuauds veunaddi
Isndnaitevinnisuenansidiosnisesnainidiaunezaiiu Weusniaiaiseuies hasildlueuly

4 2

Aoufigui 3.2 Neamndl 80 °% wluniaiuu 24 Halus Wevinissemetemueasenlulvingdeus

[
=1

Weasuayliansuias1manANNiy Weaswitina 1198nangeulatiuIuafIsAINuAaNs
(3UN 3.3) 9rnduiilusewiudnnseavuin 325 mesh Wsannsdudiiudunguiouvesans e
FouasIUATUNRNAYNdRdILeAUssnauwd bmhasilanuldgeiudeniialesiuainuiuain

neuen Naglakauen BT-CNFO Tudadiunng o Juun

U7l 3.1 inSesundansnagnuea (ball-milling)
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3UN 3.2 dovans
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3.5 ATZUUNMSIATBUYIANUTUABNINER

Ynanay BT-CNFO ludindusing q fiwdeuldunauiulndhiaueanesed (PVA) Wiewiy
nsBanziuresans Ineasldesinuadeas 0.5 nfuselndliiaueanosed 1 ven Yaussa
fuluesnunans  anduihusatuslusfuilangseedesdalansednuuuunuiademi
fu 2 fudunan 1w (U 3.0) Furuiiiunstuguasddnuusduusiunay (disk shape) &
vadushaudnans 12 Sadums aumuaduinguinawesisifiuilany i unuiii
n98nugU (green body) sndnidedludisezafiun unznautusudenIesgiuINANNILUGEY-

Innun-laveadiifaveslsandndiussausenaunig 9 Wead1susseiniavesarsiunsazdngiu

sadusnaukardesiunIssemesEninanssuIuNsBumeTnawandluun 3.5

I Upper
punch

“Gireen”
Compact

Powder

Die

Lower
punch

JUN 3.4 MITUTUMBLATOISALUURNULALY

/ N\

HanEL I
&
I Fua

o o a

UM 3.5 nsdasestunulufieeraiiundmsunisundunes
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3.6 N3TUUNTTUADS
Undadn BT-CNFO ludndausing 4 fwseuldumiunsguiunishinnuiounanmgiias

Y

WeeTidenin  nsdwmes  (sintering)  Inglusuddeilazshnsdnudvinavesdadelusswing
nsvuaunsBuwesuardduilunslianutou  Aifvednuasamsvoneniinuilunoindn
yosansluszuy BT-CNFO ilé dsagvimsnauuuusunszuiumsdunesly 2 wuu fie (1) n75du
wesuuyund (normal sintering) 3sazlfifuszuumunuuazitiouiisunanisnaass uag (2)
MsTumeTUUUFeTuRaY  (two-stage  sintering) %Wﬂ%’tﬂuiwuﬂ%’wqqauﬁ’aLLagIﬂiqa%fw
9ana lagisuantudade BT-CNFO Tudndiusing q Madsulduniunssuiunsnidunosuuy
Und Tagldheastidadivihanesginidunisuzussyluman  weidadefifnadenginssums
wduikaranwarlaTEanialussninnssuIunMsBumesuseneuluiie gaumgll Lian 899
mstu/asesguund  warussemdlunisiuees  Taglumadedididennnumeiiigungd
1150 1200 1250 uaz 1300 °¢ Hunau 2 dilus fedhsnistu/amogamgidu 5 o/
wit Tuussnievesenna sadldvhmawlaifietdn PVA senlusefigamgd 500 °w lag

WHUATNLARINSEUINNN ST ULUNALauanaldlugunt 3.6

o
=
=
Hhn

[

o oy 2 1 i
qmmuwmmmm 2 f'ﬁ.m

@ =1
SCIHM

o 5’1

300 C/ 2 3744
2@ =1
FCO1HM

L3817

>

JUN 3.6 ULHUAINLAAINTEUIUNNTTUADTLUUUNA
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NUUINIIATINERUEN YNz Tinuluneuindnlussuu BT-CNFO ludndiu
F19 9 MHIUNSEIBWReSRUUUNALAY Falialadndiussnusenauvesasiinilvaudfnaian

WA denintudadiuesausenouiugvinsUSulantitaglaseaineganinngiansau

]
a1 1

wosuuvanstumeu dsarneuitefiuimuiimaiianistumesuvuasstuneuiiannsoan
gaunpilunmsiumnedadld Snaesdndlddiivuansuiidnluseduuluunsdnde vonani
widnfiwdealdanmadansdusesuuvaestuneuiihofiueumuulurestuniligety
fla 99-100 Wesdudiflawfisuiuamnumuntunmaud Tnendnnsveanadanisdunesuuy
anstumauil Ao nsvuiunsumesasgnutsoandu 2 unou nslutumeuusnidlorinuninuld
PVA 1 500 °% wértunuazgnlvieudeuluiigumad T, Fununiwluguil 3.7 Seguunddl
Fonldlunmsdumesluuneutanduguunifiouniraunsaifanisiug (active) Fslasund
wdpunnitasingeanitlutuneuiiaes uazndogumnilumiinswmiugamgl T, Wi ash
nsanguun)tasndauunil T, sdenasuiedufinaivlavennuresesiin anduei
nsusiigaungl T, Dussesnasig q fu Gdutuneutozmenazifnnisunsylitunuie

ANTHUUAILALIAIAINUAUILU LAY ULULD

o =
FC1THUM

o =
FC1THIM

LA

>

JUN 3.7 WHUANULARINTEUIUNSTURBS LUUARITUN DY
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3.7 nMsnsredaUdnuuzlawIzvaTsinuuneuTwaald

371 msmsaeumamindy

msasvaoulavestuauluszuy (1-x)BaTiO3-(x)Cog 5Nip sFe,0q 7ix =0 005
0.10 020 uaz 0.35 ¥lalngldinaiansidenuuwessediend (Xray diffraction) ey
wadaifldlumsnseaeumeiauasUinamesaiiinly  laserdendnnisannsznuves
YondasuuirTaquéafomanizds  (scattering)  wasdsnuulaeiiplunisdenuy
uandnafuluiuegiulassashandnuasssuny (kD) #¥dannsznumelutag Tnefiguuuy
yoansihenuuvesisiionduesTanusazelintuiaziinuanzingadmiutaquiasyin
Sefudionedesdiodmiuanatn  (detector) wnsesiuisdiSndfinandsesnunainanly
fuvising 9 Aazannsanseasuliintagiliiluianuiale  lnefiansanaindeyaves
ANUANTUS IR UINA (Brage's angle) wazAuiduveIinSIEandasgULUY
madnuuivnng  dededindnliteduin asuwteriinasiizuuuuresmiadsnuuiidy
Snvuamzvaaiaouandeiul  Ssaunsmiguuuuresnsiasuuvesisdindiinge
aoulduSeuifiuiutoyavessuiiasing q fifleglugrudoyamnsgiu OCPDS files) Lite
nsnaouviaveuafiAnTuls Tedunmsttunueinfisdeuldunldlui
(holder)  antuihlunsfivinatesdniundumiluaiemnaaounsiasiuuvessd

\0nd (X-ray diffractometer ; XRD) #35U71 3.8 wdrdadunsaddaelditnauns (CuKy) Al

Y

o

SidndAmueIAdUUTEINA 1.54 A aanuiiednsn 0.02 samdeunil 91nAyN 20 9

10 parnlauiisiidgm 20 9 60 e

3UN 3.8 1ATeenTIvdaUNsiagIuuYesssdlend (XRD)
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3.7.2  071393I90UANTAN NN
TunismsrvaevandinisnisninveassfinuluaouTndatuazidunismeany
YUY V09T inlusE Uy (1-x)BaTiO5~(x)Coq sNip sFe,04 dlox = 0 005 0.10
0.20 uar 0.35 lasendevdnnisunuiivesiniunguesensddsa (Archimedes) Buanth
windinfidesnsnauaeuuuiusduluindudunaiu 2 $alus ideasunuiandl
fruaud Yaeeliamindusaseduidivhnsdudy anfudeheninfikiunsduwes
Udetliusanndiluh Wy ifeddluiieds hihendaunduihduiueendonseay
fayionvunn q udailuds dwdniildagdendt dndnanmsdadonniedonmnn (W)
Mndudorumsdsaestuneuiluudliinsninluouludeulruisedndieudsany

wite (Wp) slad9unminesinasunianudumoumtad 3981A1R eUIAIUI NI AN LU

¥
=]

ANUFUNTT A9

Wl
Pc = mpozo
e D Ao AUMILLLYBITUIY
Po  AD m’mmmLLﬂuﬁumﬁﬁﬁQmmﬁ&umzﬁ’]mimaaq
W, Ao twtneusstusnuiiddueinavasuii
W, e dhweinwestusuidsluth
W fe thwinwestusuiidienniavason

3.7.3  mMINTIIAOUANYAlLIATITT9ANIA

vhfunuesiinlussuy (1-x)BaTiO3-(x)Coq sNig sFe,04 fix=0 005 010 0.20
uaz 035 MHIUNTEUINMSNTUMBILUUMS 9 3vhmsaseaeudnunrlasainegania
Phendeanssmidiinnseunuudesnsin (scanning electron microscope %138 SEM) (U
39) ethdeyadildinliusznevlunseluienuduiusseninesduszney  lassain
qana autinieliih wavaudRudmdnvensniinfiwiedld Tasiduainnnidunund
soniutudn 9 niuthuwiheruazonimiliunenduazess uashalautiiie
yEndssnafnoenleduuiminiesnesindidulsznevteandn  mindulaihduny
uiagulURnuuwiuneandes (stub) dhomumiveuaesiilnedalifaminasegluuun
fomngaudonsliangidemaia SEM wniuhuwiunesviesiiffossinegduuly
Fnsedeuinvestunudenes (Aw Taeldineiaadnmese (sputtering) WHunau
90 3w wdrRnhlurhnisnsieaeulnsiasIganIAmENanIanIIALBIaNATEULUUEDT

nanLieAnwIdNYMYlATEINgaN1ATeTUURE LU
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JUN 3.9 ndosgansIAIBLanaTauLUUdDINTIA (SEM)

3.7.4  mrssedevanUan Nl veuysIdn

vhmsasntadediledidnydn (&)  wezAwhuszneunsgardensladidnmin
(tand) venwsfinuluaeulndnluszuu (1-0BaTiOs-(x)Coy sNip sFe,04 TidndIuasAUsznau
x =0 0.05 0.10 0.20 taz 0.35 ﬁLm%ulé’l,ﬁsmﬁ’umim3&114LLanaaqmmﬁLLazmmﬁ 1
wsiinfidesnsmageusvimstaliiseunassuuiunsdeminlngliiniosinas  Taeld
ATEAIENTIEUES 600 800 way 1000 mwddu wsdindildesdenuuiuszana 1.0

a a Y = o £ a LY a 6 = o 1 &
aduns uwadwhanuageameinseswansleing Wuan 30 u mmaulammwiu

€

augauninll 100 °% 1Wuan 24 F9lae Tapanunun duiuaudnasas iunntfnve s

) 3

A 1Y) Y =

ANNHIUNITTR wa239109 TN (electrode) Taglan1kuydnn1nNRIMENve%Ys13Nn

I
Y 1% o

Maassnuuazillwfioamgll 750 °y  Wunaiuiu 30 Wil faednIIN1sTu/AaIves
a ° N A qv a 1% a v oa a v yvas J o o
gy 5 cw/uni ielinnRuuwiiagiaduiesilnleaty nduildindiaiug
il (O uavAdUsznounsgydenialadidnvsn (tand fewnses LCR meter 71939
gaungil 25 - 300 °y 91AA 1 10 way 100 kHz uaddmanugbiinlaundium

Aeanladiannsnlagenfuaunis fadl

c A
= &EnE&, —
ocr D
We & Ao ANAenlaBLanmsn (dielectric constant) Ya9a13A29819
d AD ANUNUIVDIANTAIDYN

2 ! v o -12 -1
& Ao Aan nyeNduimslugy A (= 8.854x10 ~ Fm )

A dy = 5 U 1
Ao Nufvestilninvesasieeng

>
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C Ao ARl (capacitance) ¥04a15939E19

3.7.5  0139799F0UaNURULANYONUY TN
Werinnisasivgevantamaliiivewesiinuluaeulndalussuu  (1-x)BaTiOs
(X)Co (5NigsFe,0, NdndIuBIAUsENaY x = 0 0.05 0.10 0.20 Uaz 0.35 7liudq gaving

(%
o

Az dun1Ins1EeUaNTRAAM LT ULILANYDITUIY Wasa N InAlgluuITetiiauds
Tadneslsdn nande luladesaudanissuliiiiosegraien watlaudiniudy
WiMANA1E  fatiudedasinesiinileutvitnisasiaasvanTRanululiman GanTaaiiad
instailiseninases TnaudRudivdnuuudusuduy (vibrating sample magnetometer)
139 VSM sauansluguil 3.10 daasesiletiiindgnn1svinau fe a1siegrefinesnsinauda
1 =3 5 ) 1 @ ::l' yq’.’/ 1 =3 U a o a a [
wiwanduazgnirluneliluauuwidmaniielivimawimandasseiluluiiamadesiu
1NUNAIIAIRE 19z (vibrate)  Lileansileg1eduudasiniloniiAnauly
1 @ Y] 1 [ ~ 5 . . o
LWMANTEU 9 a0 19AHUNINIUTUN 3.11 9 nUuYAaIn (pick-up coill) AwviNg
ns19Tudygradwladygaaudnngiluinudameidanisudinanuundiseuanina

TngagyinsinAaawuwivanaeusnviniu 8 kOe Naamgiivies

JUN 3.10 ipsesinaudRAkivanLUUTUUEY (VSM)
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1 Sample Holder
Pickup

Coils

N

Vibration
alang
Z-Ails

uniform magnetic field

E‘Uﬁ 3.11 LHUNINAITYINNUTBLATEY VSM



Tuunilagnanawan1snsIdauanin
andaneliily  wazaudRniaiwdnveswsiinuilureulndalussuy
Fe,0s a9l x = 0, 0.05, 0.10, 0.20 way 0.35 PWIUNTTUIUNITTUMBILUUUNR (normal

sintering) WAZWUUADITUNDU (two-stage sintering) lavilsazidendiail

4.1 HaN1SASIVFBUANBAULIRNIZV BT ANU luABUIWERlUsEUU BT-CNFO  IRIUNSZUIY

uni 4

NaN1578

£%
=

NsFuasuuuUn® (normal sintering)

4.1.1 WANISASIVABUANUANIINITATIN

Ugfinluszuy (1-x)BaTiOs-(x)CogsNig sFe,04 dlo x =0 005 010 0.20 way
0.35 MunsIFumesiuuUnAluUsIIIMAYeIEINATigungl 1150 1200 1250 uas
1300 ° Hunnautu 2 Falus Fedamnmstu/amesgumniidu 5 o/t wiunsaaoy
ATIMUILLRIT U ademATine S ARanUldNafigUR 4.1 SeangUasitudnd
pravuuuasfistudlogungitumedaiu  aufwnguelugumaifiuansiluusdoy
dndunsdusznouiniuiianas SwansanaswesdaavkiuveeTfintunaindy
nasnngavnifigaiuluhlfAnnisssmeoonvesesdUsznevusd  Bnisgamgifias
AuluduftagyiiliiAansduisuduteunds (coarsening) veadiowsnindnds Tnsgamnd

Fuwainangn (WAanuvuluueaan) vesuwsazdndiuesausznoulaasdliluasen 4.1

1=p)

a A a s ady v | a a
A9 4.1 Lﬂau'lLGUGL‘Uﬂ'ﬁG?J"UL@'ﬂiLLUUﬂﬂm‘VlI‘V]ﬂ']ﬂ')']ﬂJ‘Viu’]LLUUQQQWEUENL%iqﬂﬂurﬂ‘l‘lﬂ@ﬂiwa@

VYU ANWLUS

lAs9asegana  audaninienn
(1-x)BaTiO5-(x)Cog 5Nig 5

Tusguu (1-x)BaTiOs-(X)Cog sNig sFe,0, dlo x =0 005 0.10 0.20 uaz 0.35

3

nauBIAUsENaUY (X)

AMUNUIBUUTUNNS (%)

auuRTUADS (°)

0

0.05

0.10

0.20

0.35

95.3+2.0

93.9+4.3

90.6+0.9

94.1+1.7

92.2+3.5

1150

1250

1200

1150

1200
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94 |
] A= Ey-0
92 |
. ® x=0.05
90 |
88 |
= g6 -
w
o
L 84
< x=0.10
82 | N
\\
80 - ~
\\
- v x=020
\ N
] 4 x=0.35
76 |
! T Y | T | ' T T
1100 1150 1200 1250 1300 1350

Temperature (°C)

U 4.1 nymiuansAmmuiudiindveasinuiluesndnluszuy (1-x)BaTiOx-
(x)Coyg 5Nig sFe,04 dio x =0 0.05 0.10 0.20 way 0.35 ANUNMTHTURBSLUUUNAT
RaUNNIFNG
412 wamamsnsumaiiRatuRemaiianisieauuresisdidng (XRD)
dlowwsfinluszuu (1-0BaTiOs-(x)Coq sNig sFe,04 1n87i x = 0 0.05 0.10 0.20 uaz
0.35 sumssndunosiuuUnAfigaumai 1150 1200 1250 wag 1300 °¢ LHunaium 2
Hlw dhednmmstwamesgamgiidu 5 Cwanil Tuusssinieveseniauazyins
PIIFDUATIML LTI UL NN ashnsdenisdnuiTuneslndafifea
mnuugaianlussardndiuinasaeumaiiAnluseinies Xray diffractometer (XRD)

%Q‘W‘U WBmMﬂNWIMﬂ’Wﬂ'ﬂ’]ﬂJWUWLL‘LJ‘LJ’dQ“VI?IWVIL‘Uul‘UWlllWﬁ’NVl 4.1 Imaﬂaum%umulﬂmms

9

a

Tadneieses XRD Fewhauarerndunuliazanndeiniessanileinierdnaanusnuy

RAUND8N LA INUULNLTARIVTNIAIENTEANENT IS 600 wag 1000 ANAIRU 1N

i
a

Fusiloulamnududegougumgi 80 “y e 1 $alus widnhuanaaeua
Feiedos XRD Feitldnanludrsiu Smailiuandlilusui 4.2 Faduziuuunmsidenuuues
$930n% (XRD) w5 inluszuu (1-0BaTiOs(x)Coy sNipsFe,0q W08fl x = 0 0.05 0.10 0.2
uar 0.35 71 x = 0 viodnifovilsielifivsinaeausininievuegluszuuii aufiuns
wenfuveIszUIy (002)/(200) Tidtasuvtsves 20 feuszann 45° Jadudnuuzues
BaTiO, fidlassadradunuumnsylnuea wasiletunfiousu JCPDS file no. 5-0626 39

aunsagudulein BaTio, Hilassairadunvumnselnues wariiiovinsidewaudwanidn
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llussu (R x = 005 - 0.35) wudngdfia XRD 4 I¥ududn BaTio; was
CogsNigsFe,0, nasiludanuan (composite) lldansazaravosuds (solid solution)
losnidiufia BaTiO, uaz CoqsNipsFe,0, hnfusgretniam Famnedsansaossiailale
yuffSentufisnsegiuiy  uenaniidlefioisaniissunn (0022000  fidadiu
DIAUIZTNIUAN 9 WU dleUsinameosansudmdnlussuuiindu szunu (002)/(200) iu
wonilu 2 fin azdes q Tawduduiiaiien wandlevhufisuiuuiideyaunsgiunuiy
psafuifu JCPDS file no. 31-0174 Fadulassairsuuudntn FadunstuduimuGelmn
wodtmluesindfoueoglussduuuuns desndunginssuiinudfiulfiavedions
BaTiO; fvumeymAdnasuiicueingd (szdvuiluuns) szwdsulasiaiiendnainio

nselnuealdilufitn

® BT
M ® CNFO
*
. . .
o | ¢ o o x=0.35
I _wr_m I . G WU S
. * ¢ R
. o | J e e . x=0.20
b __..._n.-“—_.-._&_n...l-__m_— LSS SRS R S I, SRR A
£ I * * it
: - .
Sl 4 ) L) b s =010
g |
z .
2 *
= T i . | +
DS " N | N S N | S—m— —— ——_ b X
| T ‘. " 0‘ +
NI | W N S S | U G b
BT JCPDS file no.05-0626
CFO JCPDS file no.22-1086
1 o |
30 20 (degree) 60

U 4.2 sUsuumsideuwresiidendveasiinunluneulndnlussuy  (1-x)BaTiOs-

Y

(X)C0g5 NigsFe,04 HMuNsTUma L uLUnANReulailvirAurLILYETgn

[ V) i%
v A &Y

millnenannisvadluianuauvseneulndniulaeiliazmnedsianiliazate vie
< & o [y ! < A [y | oA a
Juillewfedfuudasiiunainanieniueg 3931nua XRD  wudndimavesiuseulnmiun
wazlavoaddifawleslsdiintuegsdanudanlumiuduintannladutaguan wilile

#9150017TEUIU (002) wag (200) vedwuSsulmvmunandunUIRANARELENTUBENTUSY
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ufuduiiader Jaduguuuures BaTio, nillassasadunuudidn Inenaildidnudsiv
gannanilitnedu wazilloaninnisdumesidunssuiunisntdaamglias Sedudugiuiies
a aaa ] = o o v & Y fa a ¢
AauiserseninuuSedlnnueiilasaiaduwuuensglnueadulaveadilifameslsdn

MassaadumitnTuuisdiv]useninanszuiunssulnesdsnalndanaiun1sias uiUas

1AT9ETNNEN VDI AN AN YLTILLD

d’! 14 1'% L't

4.1.3 wanmImsseUdnyuelasainaniaiiiadudlendasgansaibBidnasaunuy

doens1n (SEM)

dovFunuyhnsendusediataiouiesudy Fnhuanaseudnuuslasaing
JANIAINNITAIBAINMIENADITANTIAIBANATEULULADINTIA  (scanning  electron
microscope ; SEM) Tneneuitazinansfegansenwiy sdudewinnuazentuy
Foedosdaniiledn ilerdndsanusniiineguuimihuestunueentivun nduihley
ldnuduludougaumaf 80 °s Wunawu 1 Falus ihiunuiildluedeudaenes (Au)
WelyiAnnsinlniindheitatimeds  whinhlunmeaeudnvaslasaiganiamendes
QanssmiBlanmsounuUdnTIn (SEM) Sswuiwadildiaenadesiunaainnisasiadeuse
MATANSIAIULYDISESNT (XRD) Fafde  BaTiO, way CogsNigsFe,Ox Dudaawanlaly
GRELERRERDNER I@&mngﬂﬁ 4.3 ywnundeazannsadunaiiuig 2 iaueniuegns
dowou  Taefwladundudugiuindumaves BaTio;  uwazwladidudugiuindumaves
CopsNigsFe,0  wawilovhmsvnuuavesnsusiemaia lineal intercept Anuiniled
Jhinuansudnifviulussuvasilinsuiildfonadnag  desinulavesasusivgn
lugusnmslavonnsuseuandumsd 4.2

maiigamnitumesiduituieiiviediveavnuilliiiienin uinstumnesi

a |

gaumgligeonaneliianansenuueedy Wy ineufisenaniusvedsssninavadenia
wazvde iAalassadaganeuuuliifuiodentu (heterogenous microstructure) fuds
Aeannswdn o imznguinluveuinavhlivuiniinsugesualuesdn wazainwa
XRD  fildfinuinaenndesivauyfgiuiinannd  mafalasadeganauulidude
Fenfuiufennnsrufuvesnsudn 1 wazuauldinufAseninduaisazaisves
wisu demafilfaenndosiuna XRD fHinismufuresszuny (002)/(200) Sudunainan

AsiAnansazatevadndsneluesian



38

¥
L |

' P P et g
""Jw.i'h.,.g‘a-

gﬂﬁ 4.3 puansuveasinunluaeulnanlusyuy (1-x)BaTiOs-(X)Cop sNi sFe,0q Tnefi a) uaw
o) fonw SEM Tulnuauni fidadiu x = 0.05 uaz 0.20 MUEIEU @ b) waz d) Aentw SEM Tu

Tyum back scatter Nd@naIUW x = 0.05 wag 0.20 AUAIRY

A1579d 4.2 vuansuedsvesesifinuilunouindnlussuy (15)BaTiOs-()Coy sNig sFe,0q Ll x
=0 0.05 0.10 0.2 uag 0.35

. VIANTUREY
A1 x
(um)
0.00 1.35+0.5
0.05 1.83+0.6
0.10 1.44+0.5
0.20 0.99+0.3

0.35 0.70+0.2
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4.1.4 WAN1ISASIVFBUANUANILHAN

dinhsinulumeulndnluseuy BaTiOs-CoysNigsFe,0q tunn 9 dndrulusinis
Fuwoswuuunfuagladeuluninaaudy Jahansdregilauvialui (electrode) e
wisuluTaandanaliin fasnsvinttiusuannnisiidinwsiinAdiunisewasliiiseswan
3950851 eluLNYANUELIRcELATEIe ARSI wTn NTUTRRINUN A sULaE LA ST
PIENTEANBNITIBLUDS 600 WAz 1200 MudIsy iovinistaRmtseusesuwalrtindinmws-
a =~ 1 dy £ a (¢} < 1Y) & o a .
finueuivelamnuduludevgamall 80 o Wiy 1 Falus nuudinky (Gilver

A Aa v = a o Y Y o ~ ’~ o =

paste) UAMNIWNNRIMTNTRRdaTEinNsaRIY wanhlUeniigamgl 700 w1
naUIY 30 UM Wewasandidaidawsiinflsundannussvaulmseuies eteeiu
ASLTBUFADNUUDINIRUTENINRINLVIADIFIDN DA MUTEVINNTUABUNITNT INUULNENS
fog1aiinun syl lnihudaluasiaaeuaudividliin Toua Araanuglidn (O wageins
gaudonaladidnyin (tand) Mmefliwes LCR awudgamaiivosaudia 200 ‘v Jwafilouansld

Tusun 4.4 uag 4.5 audiy

6000

5500
5000 -
4500 -

4000 -
3500 -
3000 -
2500 -
2000 -
1500 -
1000 -

500 A

P e B e e e R e e e Ee
20 40 60 80 100 120 . 140
Temperature ( C}

T T T T

T T
160 180 200 220

JUN 4.4 Apsnleddnytn (&) veswslinuiluneulndsluszuy (1x)BaTiOs(x)CogsNis

Fe,O4 ﬁﬂ'gfmﬁ 1 kHz
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1.4
1.3
1.2
1.1 4
1.0
0.9 1
0.8 1
0.7 1
0.6 1
0.5
0.4
0.3 1
0.2 1
0.1
0.0 1

x = 0.05

tan &

—0.1 T T T T T T T T [ T T T T T T T

20 40 60 80 é 160 180 200 220
Temperature (

JUN 4.5 Ansaaydennladidnnin (tand) veaesfinuilupeulndsluszuy (1-x)BaTiOs-

u

(X)COOA5NiOA5 Fezo4 ﬁﬂ’J’]ﬂJﬁl 1 kHZ

NN 44 JuanseeadilaBidnyEn  (5) wewwsfinluszuy  (1)BaTiOs-
(x)Cog sNigsFe,0, Inadnaiuilimasiiladidnningeianegiidnaiu x =0.2 FalviA1 & ogf

Uszanas 5500 fiaaunigdl 40 "o usiifloUSunaensudivinlussuuiinduaneiladidnvinndu

o

TaifinnlduNwuuey FUlodUNAIINAIANNNUILLUYDTUNUTUANSINA 4.2 WudndIud

& A

TiAAunuwiugananfie x = 0.20 Fwdenndeariuirnladidnysniila wazdnaiunl
AasiilaBiinrisnsesasunfeiidndiu x = 0.05 035 way 0.10 AUA1AY FINsTTUIILE

Anuvduisusansinelugunulignsueg duduaunn - wasdaioglugniuiiufe

a9
1 |dl

a1nA Inefidasiiladiann3nveseimeatuiiategiuseana 1 WewlsuiuAmasiladidnnan

o
=2

vostanlndidnyinuddeiionndetosnn dewniisdmalimailadidnnrinvestusdl

Atloawuling uaglugun 4.5 wansAnisgadevnsladdinnin (tand) veuwsniinty

o

52UV (1-x)BaTiOs-(x)CoqsNipsFe;0,  Inaatnuailanuindndudilirnnisgadesladidn

yEndfignegiidndu x = 0.20 Fsdeindudndrussduszneviilinadianlunuidoduil

9 Y

[
¥

Aatuiidndiu x = 0.20 dfsgnideniethufnwinisimuimetianisBunesuuuunilidu
WUUNISTUNDSUUUADITUADY  LileiaNunsawSeuws1tnunluraulndnnaslsdidnysniiil

AnNEwalY
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4.1.5 HAN1SATIVEBUANUALILUAN

auURLlmanvassfinulumaulndsluseuy  (1-x)BaTiOs-(x)CogsNigsFe,0q tnf
x =0 005010 020 way 0.35 s sinlagldsesinaudfudvanuuutuanudy wse
VsM gadunsesdlefildinaudfiniwiminveian lnsaisimedisazgninluneliluuiioug
a @ aa a a v Ay a & a aa ] )
fawmudmaniien 8 kOe Naumnivies Insnaiilainduiriudameigauivanuanasiagy
71 4.6 FangunuiidlioUsinaeansudmdniuszuvdaniniy auundlawduggn (Ms) Aoz
a dy o o Id Ad A 1 [ . a dy
Wntumuaau L UuRaunnnsRAUSHIeeEsilngn  CogsNipsFe,0, Winduluszuu

UULDY

Magnetization (emu/g)
(==}
|

-10

=20 4

— T T T 1 - 1 - 1 "~ T ~ T "~ T 1
-10000 -8000 -6000 -4000 -2000 0 2000 4000 6000 8000 10000
Applied Magnetic Field (Oe)

gﬂﬁ 4.6 YUBAWOSTARIwANYaR I TnUlUABNINERUSTUU  (1-X)BaTiOs-(x)CogsNigs
Fe,0, Inefl x = 0 0.05 0.10 0.20 wag 0.35
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4.2 wan1snTIeseUANYAMsawIzva s iinu Tuneulndnluszuu  BT-CNFO  #rnunszuiy
MIWIBURBIUUUFDITURDY (two-stage sintering)

nnsaaeseseusinuluneulnEAUTEUU (1-)0BaTIOs-(X)CogsNiys Fe,0p io x =
0 0.05 0.10 0.20 uaz 0.35 srEmAlANTUALRLNANNTMEgNUBA (ball milling) SIAUNS
wnBuwesiuuUnity  wuidndiuesduszneuiilvidnunsameilanisuiiaafefidndin x =
0.20 Tevhnsungdesnauasdegnuoaliunanny 24 $lus nduihlviugUuasendunes
wwuUnfneldussenaveserniea figungll 1150 °o Wunamu 2 Falus deshsnistu/ag
vosgumgiilu 5 °w/uni FmuinindumanaussrinauuSolnmusuaslaveadiifiasonlus
fvunmnsundeegi 099 lulasiuns uazmuMUudvSaEns 94% Weiflouiuamny
uuumanged fafuluduneuseluasheninulureuindaiidndin x = 0.20 dudiulss
amﬁ’ﬁuazimqa%ﬁqa;amﬂé’wmﬂﬁﬂms%uLﬂ@%LLUUﬁ@q%umau Fadumedaiiaunnanmeia

ASTURDTLUUUNRLAENITDDNRUVTUADUNS WIANNS DUl dUNUS AUNSRULAVD AT

4.2.1  WAUNITINTUADTHUUADIVUADULAZNANITATIVADUANURNIINIBAIN
TUNI90NLUUNTENTUNDSLUUADTURDY  (two-stage  sintering) Tulunadiafl

=

WALNILNIAINATENTUADTWUUUNR (normal sintering) UuazAvsllgamngiinlglunisg 2

9 Y

gaumgfidhoiu (Muuwunwluzuil 3.7) lnggaumniiusn (1) andugamginlélunsnsedu
mafulavennsu dugumgiifiaes (T,) widugamgiifvihl¥dunuAnnisududalasfingu
Lifinadulalundidy  semmivedanstunesuuvasstuneulsgnidenuldiieril
%umuﬁm’mmmiuﬁqa%u BuusnagFenihnmemigumnifimzaudmiunsiuies-
fnunluneslndnluszuu BT-CNFO Aeu lagisuannnmsmeamgilumssndume suuuund
Lﬁ@lﬁlﬁmﬂwmLLﬂuqqqmﬁm%’ULﬁzmﬁﬂé?ﬂéfu Fafife BaTiO, (BT) way CogsNigsFe,0
(CNFO) Tapfiiwsniin BaTiO; agvimawilutasgamnisaud 650-1500 °w uwawwwsdin
CopsNigsFe,04 ﬁqmm:ﬁiuﬁd’m 700-1300 " GﬁaLﬁ'aﬁwmnmﬁﬁmqﬁumﬁﬁqﬂa'nLLé’q OFATH
Funuummemmmwtusamdnnsvesensdiia st dldmdendunsivuans
Prwdiiudserinsmnumuuiuiazgamail  Idnadeguil 47 Feanguasiiulddnenna
viuvuvewTiintutisenmgil 650-800 °u lidessimsiuasuudasvitlstn usiidegamgd
Tunsiwnogl 850-1200 o AvumuuuwestunuELinnUAsuwlasesnadoundu ua
Suasiifigamgd 1250 °s dedudddvhmasenuuulvsunslunnsnfusesuuvasstuseu
YpuwsnuluAeulndn  0.8BaTiOs-0.2C0oysNigsFe,0,  (0.8BT-0.2CNFO)  Tdulusna

Foulalumsnedl 4.3 Tnefidnsinstiu/awesmumgiinii 5 “g/ui
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100

90

80

70

% Density

60

50

40

600 800 7000 1200 1400 1600
Temperature (°C)

UM 4.7 nymlansrnuduiusseninanuvuiwiuiuaamgiveassiindssu BaTio; way

Cog sNig sFe,0q

A5 4.3 Qeulvdusunisuweshuvasitunauratesinuluaeulngds  0.8BT-

0.2CNFO
T, T, LIBLHLLY
(°%) (°%) ($1n9)
1250 850 2
1250 850 4
1250 850 8

1250 850 12
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422 wansnsrdeuEiRnTudtemalianisiasauuvessediind (XRD)
dlovsfinuilunesulngs 0.88aTiOs-0.2C0o,sNigsFe,0q Tikaunislinusousae
wAdANSTUABsuULdDITuRaumL e ulvfismuauds a1nduswinnisnsisdeuad
Aatusoedes XRD Tagneuthiunuluvhmsinesfewhauazeintunuliazeindie
\3esdanilelinilordndanusnuuianieenldnun antuiandaianigensyany
y518L005 600 war 1000 Ay wazthunulveuldautuiieusmumad 80 oo 1Ty
naunu 1 $alus whidshannsgisladiietudendos XRD dafildndriludsiu Tnegd
a8 LL?WNE“LJLL‘UUﬂ’]iLgEJ’JLUU‘U@Q%&%L@W&GU%NL%iﬂﬁﬂﬂﬂUﬂ@ﬂWﬁﬁ] 0.8BaTi05-0.2Cop s
Nig sFe,04 ﬁﬂmma%mma%éﬁamﬂﬁﬂﬂWi%uL@@%LLuuaaQ%’umauﬁqmugﬁ 1250 (T)) wae
850 (T,) °% \funauu 2 4 8 wag 12 Halus Fednsnistw/asesumgl 5 *s/unit G
f\]’]ﬂgﬂﬁ]zﬂi’]ﬂgﬁg\‘iﬁﬁ%mLLUL%EJ&JVLVILVILUG] (BaTiO,) waviinvaslausaniiiainestsa (Cogs
Nip sFe,0q) Tu‘vgﬂL‘EIauiﬁuimalajﬂiﬂﬂgﬁﬂsummﬁmaﬂﬂaau?fimas waziloranluniswndu
wosiiutuinuilassaimdnlifinadsunade @ SelpeunfundluTanuaunioneuln
andeTagitliaranvieduieidoatuudasuesiumlaiinauusniueg daannua XRD A4t
anunsanuiuaveswuS el lnustaslaueasiifameslsdlsogrstnau Faduddug
anildfoTaguay wiidefionsandiszuiv (002)  uaw (200)  ¥ed BaTio,  @udy
SnwasanzvesuSeulnmuafidlassadradunuumnselnuea ndunuifinaniinewen

'
[y I a

fuegisumuduiiaferiudadunsuaidasaianuumdnvesussulnnue Tnenaild

De

v v

a a vy v o & U o o o = aa ] a{' a
uﬁﬂﬂﬂUaQV]ﬂaTﬂ'ﬂﬂQ@u LLWVN‘LVU‘U‘UUa']ﬂiy@]'lwqumNam@ﬂqiLUaﬁJULwasﬂaﬂLL‘ULiEJiJlV]L‘V]Lu@

1
v A , A & v o

TUABIUINYBIBUNNA kAL Uummmmmmaumw%ﬁummLﬂiumaamiﬁﬁaqmmﬁﬁ
THluszrisnszuiunswion ilesnnsdumesifunssuiunsiilionmgigsdsduiivgu
Jamsasuraresuidsulnmunanpuiiilasadaduwuuenselnuealdidulassadi
wuudOnidu e19atinaannisiesneuveslavead (Co) Tuia (N) wie wan (Fe) (Fudu
druusznaundnvesaistaveadiiaeslss) visduunsidnlulunudenlnmunlaefid

aaa )

gaungiinsumesidumiriaisinsiiaujisen wiserasenlaininduasazaieveuds

B a a o =

szundlaveaddifawlesisdnilassafadumdndunusenlnmuniilasadaduiuum
nsglnueadulunszuIunsBunes e tiiosdsdmaliinvedlaveadneslsdnusinglu
v a &

sULuUNsdsRUBYesidldnddmsuigsfinluszuutanitiaisesilunszinuisdiuly

AaduansazanevesdsivuuSaulnnuntiues
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*BT

| ®CNFO
- :
4000 - f WM Two-stage 12h
W
. . . + Two-stage 8h
,j\. A ol F .,. AN . ot )
=
2 .
[} * 5
EZOOO = J\_ : j\_ ® J’\ Two sizlge 4h
o -~ )
.
J\ e ! Two-stage 2h
A ok
0 4
' T T T T
40 60 80

20

JUN 4.8 JUwuUMSERIUBYesSddnduatesinuilupelngds  0.8BaTiOs-0.2Co, sNig s

Fe,04 NNIUNSHITULABSAIUMATANISTUMDILUUABITUNDU

sUf 4.9 Taseasramneganiavesesiinuilunedlngn 0.8BaTiOs-0.2Coy sNipsFe,0p AIN1Y
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wnsulvg) NTULAN
2 0.26+0.13 0.09+0.02
4 0.21+0.05 0.09+0.02
8 0.23+0.07 0.09+0.02

12 0.24+0.09 0.09+0.02
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Abstract. Multiferroics, which display simultaneous ferrimagnetic and ferroelectric properties,
have been interesting recently because of their potentially significant applications in multifunctional
devices such as magnetic resonance, drug delivery, high-density data storage, ferrofluid technology,
etc. Composites combining BaTiO; with CogsNipsFe,O4 have influenced the interest of many
researchers, due to their outstanding and distinguished character called magnetoelectric (ME). In
this work, ferrimagnetic-ferroelectric composites of BaTiO; nanopowder and CogsNigsFe,Oq4
nanopowders were prepared by a conventional mixed oxide method. The multiferroic ceramics
were compounded with the formula, (1-x)BaTiO3-(x)CosNigsFe;O4, in which x = 0, 0.05, 0.10,
0.20 and 0.35. All of the compositions were analyzed by an X-ray diffractometer (XRD) in order to
reveal the phase of perovskite and spinal structure. Scanning electron microscopy (SEM) was used
to examine the variation of morphology and grain size of the composited ceramics. The magnetism
of all the ceramics was measured using a vibrating sample magnetometer (VSM). The results
showed that microstructure and the amount of ferrite are related strongly with magnetization.

Introduction

Interest in multiferroic materials (or magnetoelectric material), which are a combination of at
least two ferroic orders (ferroelectric, ferromagnetic or ferroelastic), is increasing due to the
advantage they have in their applications as multifunctional devices. Interaction of electric and
magnetic subsystems in magnetoelectric (ME) materials can demonstrate itself as a giant ME effect
[1-3] that mutually influences polarization and magnetization [4]. The factors that affect the ME
effect are piezoelectric and piezomagnetic coefficients, elastic properties, magnetic and dielectric
properties, and volume fraction of composite components [5]. Magnetization (or polarization) of
this material can be controlled by applying an external electric field (or external magnetic field).
The advantage gained by the coexistence of magnetic and electric subsystems is a new property of
the material called “product property”, which increases efficiency of design development for
electronic products such as actuators, transducers and storage devices [6]. It is known that CoFe;O4
has the highest magnetostriction coefficient, which is an important factor for ferroelectric-
ferromagnetic composites [6], but it still has some limitations such as dielectric loss and Curie
temperature [7]. This work prepared multiferroic material by combining ferroelectric (BaTiOs) and
ferromagnetic material (CogsNigsFe,O4) with the formula, (1-x)BaTiOs-(x)CogsNipsFe;O4, in
which x = 0, 0.05, 0.1, 0.2 and 0.35 via the conventional solid state reaction method. The
relationships were studied between phase formation, grain morphology and magnetic properties that
are affected by the change of various compositions.
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Experimental Procedure

Compositions between ferroelectric-ferromagnetic materials were prepared by the conventional
solid state reaction method. Barium titanate (BaTiO3;) and cobalt nickel ferrite (Cog sNigsFe;O4)
nanoparticles were mixed with the formula, (1-x)BaTiO3 — (x)Co sNig sFe;O4, in which x = 0, 0.05,
0.10, 0.20 and 0.35 mol%. The mixed powder was ball-milled for 24 h in ethanol. The composite
powders were pressed into disk shape and sintered in air for 2 h at temperatures of 1,150, 1,200,
1,250 and 1,300°C. Phase formation and structural analysis of the samples were analyzed by an X-
ray diffractometer (XRD). Grain size and morphology of the sintered ceramics were characterized
by scanning electron microscopy (SEM). Magnetization and magnetic properties of BaTiOs-
CoysNigsFe,0O4 composites were measured with a vibrating sample magnetometer (VSM) at a
maximum applied field of 8 kOe at room temperature.

Result and discussion

X-ray diffraction result

The phase formation of (1-x)BaTiOs-(x)Cog sNig sFe,O4 composite, in which x =0, 0.05, 0.1, 0.2
and 0.35, is shown in Figure 1. The XRD pattern obtained for sintered ceramic at x = 0 exhibits a
phase pure perovskite structure that is confirmed by JCPDS file no. 5-0626 [9]. A pyrochlore or
unknown phase was not detected. Splitting of (002)/(200) peaks was observed clearly, which can
indicate a tetragonal structure. When ferrite was added into the system (at the composition, x = 0.05,
0.10, 0.20 and 0.35), the cubic spinel of CogsNigpsFe,O4 peaks was observed clearly. In addition,
diffraction peak intensity of the ferrite phase increased accordingly in composites with increased
content. No extra phase was observed in the diffraction patterns, indicating that interface reaction
between the ferroelectric and ferrite phase is unnoticeable. The broadened diffraction peaks confirm
the decrease in particle size, which is consistent with results in Figure 1.
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Fig.1. XRD patterns of (1-x)BaTiO3-(x)Cog sNig sFe,O4, in which x = 0, 0.05, 0.10, 0.20 and 0.35

The XRD results confirm that the BaTiOsz and Cog sNig sFe,O4 form mechanical mixture and not
binary solid solution. The SEM micrograph supports this assumption. Furthermore, when the ferrite
phase increases, the splitting (002)/(200) peaks merge slightly into one peak, thus suggesting phase
transition in the ferroelectric phase. In general, XRD patterns of the tetragonal BaTiOs show split
peaks at 45°, corresponding to the (hkl) Miller index (002) and (200), whereas cubic BaTiO;
(JCPDS data No. 31-0174) has a single peak at 45° corresponding to (002). The absence of splitting
in the (002)/(200) doublet indicates that the c/a ratio of the lattice parameters is much lower in the
samples of this work than in macroscopic single crystals and coarse-grained ceramics (c/a = 1.01).
This is a typical feature of nanocrystalline BaTiOs particles and ceramics. Values of the average
crystallite sizes for ferrite ceramic in the form of mechanical mixture are larger than those obtained
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for BaTiO; ceramics. During sintering, the average crystallite size of the ferrite phase increases,
while that for the ferroelectric phase decreases. It is believed that the crystallite size is a main
factor affecting the crystal structure. It is known that in ferroelectric-ferrimagnetic composite, the
stability of tetragonal structure strongly depends on mechanical boundary conditions, due to the
relationship between cubic-tetragonal and interphase stress. Therefore, it can be concluded that
firing temperature in the sintering process and microstructural characteristics play an important role
in stabilizing the tetragonal cell in composite structure [9, 10].

Scanning electron microscope results

Figure 2(a-c) illustrate the grain morphology of all compositions of (1-x)BaTiOs-
(x)Coy.sNig sFe,O4 composites, in which x = 0.05, 0.20 and 0.35 in secondary and backscatter mode.
The average grain size and density are presented in Table 1. Pure BaTiO; samples were seen to have
irregular shape with a small degree of porosity on the surface. The average grain size was about
1.35 um with 95% of density. It was revealed that samples for the composition, 0.05 < x < 0.35,
maintain a homogeneous microstructure, with the two phases mixing better, because the grain
growth is suppressed by phases of very low mutual solid solubility. Images with back-scattered
electrons clearly present separation of the ferroelectric (white phase) and ferrite phase (black
phase). Good distribution of the ferrite phase was seen clearly as it increased. The average
crystallite size of the ferrite phase increases, while that for the ferroelectric phase decreases.

Fig.2. (a-c) Grain morphology of BaTiO3-Cog sNigsFe,O4 composites; 2(a) x= 0.05, 2(b) x =0.20
and 2(c) x = 0.35 captured with normal and backscatter mode.
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Table 1. Optimized sintering temperature, density (p), average grain size and magnetic properties of
BaTiO3-Cog sNigsFe,O4 composites

Composition Temperature Theore‘t ical A;f;?f ’ Magnetic propertics
(x) [OC] Dens1ty size Mmax Mr HC [Oe]
[%] [emu/g] [emu/g]
[pm]
0.00 1150 95.3+£2.0 1.35+0.5 - - -
0.05 1250 93.9+4.3 1.83+0.6 0.14 0.03 -380.58
0.10 1200 90.6+0.9 1.44+0.5 2.39 1.24 -426.13
0.20 1150 94.1+1.7 0.99+0.3 8.71 3.79 -495.35
0.35 1200 92.2+3.5 0.70+0.2 19.56 9.24 -512.65

Magnetic measurement

The magnetic properties of BaTiO3;-CogsNipsFe,O4 composites, characterized by the vibrating
sample magnetometer (VSM) at a maximum applied field of 8 kOe at room temperature, are shown
in Figure 3. The remanent magnetization (M;) and coercive field (H.) are summarized in Table 1.
The magnetization and corresponding coercivity increase with addition of the ferrite phase. The
composites reach their maximum saturated magnetization of 9.2emu/g at 35% of the ferrite phase.
By increasing the ferrite fraction, magnetization is increased because each ferrite grain connects
with each other, causing increasing magnetic moment per unit volume.

x=0.05
20 x=0.10 —
x=0.20
x=0.35
92’ 19 ST
= 04 [ Ty )
g >
b
=104 I
220 - -
e R S e e R s o
-10000 -8000 -6000 -4000 -2000 0 2000 4000 6000 8000 10000

Applied Magnetic Field (Oe)

Fig.3. Magnetic Hysteresis Loop of (1-x)BaTiO3-(x)Cog sNigsFe,O4, where x = 0, 0.05, 0.10, 0.20
and 0.35

Conclusion

The fabrication of multiferroic composite was prepared by a conventional solid state reaction
method and studied in this work with the system, (1-x)BaTiOs-(x)Cog sNisFe,Oq, in which x = 0,
0.05, 0.10, 0.20 and 0.35. Phase formation of all the samples was analyzed by an X-ray
diffractometer (XRD). The XRD results show existence of a ferrite and ferroelectric phase when
ferrite is added into the system (the ferrite phase can be seen clearly at the composition, x = 0.20
and 0.35). When the amount of ferrite is increased, the magnetic contact between grains is increased
as well, which leads to higher magnetization (both maximum and remanent magnetization) of the
composite samples. Grain size of the ferroelectric phase decreased with increasing ferrite phase in
composite ceramics.
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