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ABSTRACT

Magnetoelectric ~ composites  possess  ferromagnetism  and
ferroelectricity, which is a kind of multiferroic material. They have been
applied in microwave equipment, sensors, transducers, and radio frequency
identification (RFID). However, the higher performance, smaller size, and
faster transport speed of the electronic products are required. The distance
between the composite devices will be more intensive, which results in an
increase in working temperature. The thermal expansion or contraction will
seriously affect the performance of magnetoelectric composites, which
may lead to failure or even damage. Therefore, zero thermal expansion
have been one of the issues that must be faced.

NiFe,O, is an excellent ferromagnetic material with positive thermal
expansion, which possesses high permeability and low magnetic loss
characteristics. To achieve zero thermal expansion, PbTiO3; with a special
key property, the negative thermal expansion (NTE), is selected as the
ferroelectric material to combine with NiFe;O,. By adjusting the
composition ratio of PbTiO3; and NiFe,O4, the magnetoelectric composites
of zero thermal expansion can be reached. By doping a third element, the
optimal performance of composite can be achieved.

In this study, PbTiOs;-NiFe,O, magnetoelectric composites of zero
thermal expansion with fixed proportion were prepared by solid state and
sol-gel methods, respectively. The third element Mn of various amonts
were doped into NFO, which became NFMO. PTO was combined with
fixed proportion NFMO, which became PTO-NFMO. Composites were
sintered for 3 hours at the temperature of 1096°C and 1015 °C in the
atmospheric environment by solid state and sol-gel methods, respectively.
The effects of different preparation methods of compsites on crystal
structure, thermal expansion coefficients, relativee density, microstructures
and magnetoelectric properties have been investigated.

The XRD results showed that composites with various doping amounts
of Mn all had perovskite and spinel structures which were same as those of
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pure PTO and NFO.

Magnetoelectric composites which prepared by solid state method
have zero thermal expansion at PTO : NFO = 1.1 : 1.0. The thermal
expansion coefficients of composites prepared by solid state method
increased with increasing doping amount of Mn.

Magnetoelectric composites which prepared by sol-gel method have
zero thermal expansion at PTO : NFO =12.0 : 1.0. The thermal expansion
coefficients of composites prepared by sol-gel method decreased with
increasing doping amount of Mn.

The relative densitis of magnetoelectric composites were all above
50%. At the same doping amount of Mn, the relative densities of the
composites prepared by solid state method were higher than those of the
composites prepared by sol-gel method. S-PbTiO3-Ni(Fe1.985Mno015)O04
prepared by solid state method has the highest densities 5.27 g/cm? and
relative densities 77.46%, respectively.

The microstructures of composites were observed by using SEM at
magnifications of 200, 3000, and 10000X. Large grains were NFMO and
small grains are PTO in the composites which were proved by EDS. The
voids of composites prepared by sol-gel method were larger than those of
composites made by solid state method. When the doping amount of Mn
increased, the NFMO grain possessed edges and corners.

Dielectric constant and dielectric loss were measured by using net
work analyzer at frequencies of 7.0 GHz. The s-PbTiOs-
Ni(Fe1.925Mng 075)O4 had a maximum dielectric constant of 18.28 and the g-
PbTiO3-Ni(Fe;.955Mng.045)O4 had a minimum dielectric loss of 0.001.

Permeability and permeability loss were measured by using net work
analyzer at frequencies of 7.5 GHz. The s-PbTiO3-Ni(Fe;.925sMno 075)O4 had
a maximum permeability of 21.88 and the g-PbTiO3-Ni(Fe1.955sMno 045)O4
had a minimum permeability loss.

Keywords: magnetoelectric composite, ferromagnetism, ferroelectricity,
zero thermal expansion
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2-2-2 4 T + 3 (ferroelectric materials)
2-2-2-1 4 T ¢ (ferroelectricity)
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BT TR IR SR MR agpilo
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e R AR R D e L HF L A BT L

Flet e s> CEBTHeRLETH o A BT A
THBTW > BT MR T E G AT F (dielectric constant) » 4 ] 2-
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D = eS + €5E

h 4l &
T =cPS—hD
E=—hS+B°D

d>g-e - h: &% %#c(piezoelectric parameters)

de~ ge~ec~ he 2R Sz b mxetL(transport matrix)
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B)R L AL ™
Ptk il B Y R 0 EHAA L STk Y ey g
ORI RT L P A THL G T P RS ) RI2

Fr2 AT EFEAcd b fraRHEFE - B7 <2 0 EH -3

G AR Bt L B g R
BORIEIASE TR A AR R R RIFRIH TR 2 P
BHBEY - A T ONEERE B R 2 A LT em®

iFE s ﬁ.r’_'fé}/ﬁ—},a‘ /Pl]%i‘f- s Fldeds oS G B F AR AR T ELR ~ i =

o

S RISV I ¢ i—f/%igq,ﬁt’/‘%é

2-2-2-4 K T
LEHI T FTAAIES A REHEL AT LK g%

M 6 RFT AL AT F e AT A

(1) 4 & ¥ #(dielectric constant)

NREFEEFEFRATRAITRCFLIZIE RS EE 4
AR HALRE T ERB I3 a 284 » T RE - Hp 3¢ LFIFEIIS}’ C =R
Q (Coulomb)¥ % 7+ &

Q=CxV
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C: %

K2

Vi ihg B

2.

T2 B0 R HPHREE 4 R T T B

Ef
o)

C=¢gyXe XA/

AT FiEE B A
d: 5T 745 B
803.,'52?};/7?"‘#"%{

g - ¥ A 7 ¥ #ic(relative dielectric constant)

WE 7Y EE AT ¥ #ikey 5 T_E8.85418 X 10712 F/cm s Fpt - 4L 4

THHEZ AT FEREL ATV ES

FANRT A2 R E B R R AT AR

A
C=sox$rx<a)x(n—1)

g T Fae T AR AR, B AR R AR F AR
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(2) /i & 4F 4 (dielectric loss)

AT DL F G RS B AR RS T
HAAEIR T AR AL H2Z R D D g
2R BRI L TR OBEEES DI Fa AL TR
B FTRTAFALUFRNIFLAG R L0 E o) Fa B4

WAAL BN PR TSN FHL

FAR R BRI A R RS A i TR R

BRERG S hd 3 o

2-2-3 gRpaHE

454 (POTIOs, PTO)ALE & oo r 42 AR A7 7 & 5 ™ et 4
£ e 34T 4% FhABX3 % H (perovskite-type) s4f 7 48 14 4L 4o §]2-14¢
Adg 3 (Pb?*z g+ L2 1119 pm)2. L & B+ (Ti* 2 &+ L j2:160.5
pm)= > @ O% % % 3 (B+ L - 140pm) - 8 = S 4P > Agps &
OZg 3+ 25X G w2 ,f%ﬁ(face-centered cubic structure) > @ BR| 3%

P4t “HE+ 2~ 6 M enie ko MMATA AL Fm it A A%
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] 2-14 PbTiO3 2. 4T 45 7 5 H

PbTiOs & § 47k f #%9 |2 (negative thermal expansion, NTE) >
BTN FEITHFENFE TRV LBGFLEGS 5 FAcdT
457 152 BaTiOs » KNDOs ~ BiFeOs % + 5 # v it 4 £ 73 & # 2 #
5o

¥ POTiIOs A2 Hp Mt &4 B3 I M R T BRI TS
PRRIETF BT BRI AR AT REE A R
FEESFT A B E oo AERES2 T BEB (490C) ~ ApE 2 A
THEGEY - BAFTAHEAO6 C/m?K)~ 2 B PETI8L S8k
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(0.49) » # Hif & fu* > B 8 (<490C)%2 % #5(>5 MHz)2 4F 38 8 &
EERRBRY o

fed He 2 HASES EUSH LA ANF - BREHEE
B4+ (c/a=1.064) # PhTiOz Ai? L iEfe® ST R = > ApiE %1

AR AL NS ERERE A 2K

o

RE G P AEEER
Bod BMHAREF LR LT A BAFERITLELRE
AR FLAFEI R EERAM CERERS CHAFFRL
R R PR e SR PRSI o

LIRS AR AL S EF T 1 LA SRE T B T

v

k'l

AR FA L iCHE AR REEE T

(1) P 2 pc™ 2 2t F iAo 5 et 4l F 0 M5 i

Qi FHperaE I Ty B amid iy o e frdig B 3 Mg i 2 )53

B FretAaerEn s AF 2 bR MR- TIH3 4

Fdrind et F Flf TG fiend < A R R e e 4 oo P R

(@) BE S gL HE - 2 CRpEEY 2 LA K S o b PEELE 5

Mo (b ek ettt o B3I B B2 B E P REA e
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2-2-4 &1 g (polarized mechanism)
THERAFEEEL S g B - TP
MBS E R R o AR B OE T NG BIER S H M
(displacement) » 4oyt TAL S 4B o H g A2 SBTHBH 0 ¢ 5T
FoBF AL TR > E - RO AR SRS
A AR e Py B A HciR LS o G AR B LA T R HE s
TRZEFTREAFRE > TRZL TRATERL BB R S
B R B ens fﬁ%ﬁ%ﬁiﬁ*ﬂi"fjﬁgi‘%ﬁ?*m?zi - AR

HHEK LY o5 A SgE RS e B

2-2-4-1 & 3+ 4&1* (electronic polarization, &)
FRLAANTHBEZET] P HpR2 52 - BRI T F LT
TAEeE NI I o F BRI R e s dofl 2-15() 0
FH g Ed RF 22T F i BV A R T 2
Bt BF2 245+ 1014 Hz -
R R IR R FEANG AT HFRT > BRSNS
Fladz T% 3 PFEDTRIBEH IR RFEPFHIRTH S w iR

Brg o oa R FREPFF > v BB R o 4oB 2-15(b) > R % ¢



&%“ﬁ?%ﬁi’?4&ﬁ4ﬁﬁii£?@i%@’ﬁﬂ4%§

24 o @ g 4 apF L RIAE S @ HpF 7 (relaxation time) 1291

#2835 i —

Q Q

() (b)

B 2-15 7 F & it 7 & A

2-2-4-2 3+ & i (ionic polarization, ai)

BT HMP ZRFERNELE BT - Al FARED
BRI AcR 2-16() o PR FHRIC T pm b T HTIRT 0 TR
TRBELZFIRFATHES 222 JI IR Dp L E D
MIBDPHATHF BB R IR EFELE S BB 0B 2-
16(b)c &+ ~ @I FE 2 T s dgn A2 2 PpHEBTLHIEN -
7 % TR+ 4& 1 | (atomic polarization) - # pF 2 g2 7 B iEFERF £ &
¥ F 0 B Huk ot 109 ~1014 HzZR7 2
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284 w3

() (b)

B 2-16 = 4&i T T A3

2-2-4-3 B~ & 1 (Orientation polarization, &)

PRIV IR W A MERM L G B d XA T BiRS TBpER
A3 o 4rB2-17(@Q) 7T § & A T HPF BN INT B ieE B g R
Flole&E H - XARBEFPEHIGN; B - e T HIErT
Bed it By R 1 f R ETIED Ko L FT BT ERD TS
it GEm AR T (T2 e g KA R TETENRRE A2 K
A fpfeg it o hoB]2-17(b) 2728

TR ZFER A B FR SRR AT B T HiEE
TH-mmARAD ¢ R 2 FPt - QIR RH L BV
R HRA IR 2 a4 o ER - o d R E R EAR Y i
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0B

?ﬁi

I 2 B Fl oA g2 BRI AN ke S

B 5 §)iR 22450008 = A q it e B o
FIARA B> R & BRA LT I 4 R R AR

ML HMPL A F AT > KA PowiRit

2

b AR MR

FAFROBITHRETI - VI B FRRAP o

REH €
/ & *
4 + o + r Foon
x + X
/ x
— 4 = ¥
— ¥
+ \ ¥ ]
(a) (b)
Bl 2-17 P~ d& it ¢ & 3

2-2-4-4 % & f& 1 (interfacial polarization, &s)

WHRHY C FT PG BB EREAR PR Aoz R S

AfEAA B ETRI RS LR g FOF LR 6

o TAL SR AR 2R

o 2180 M A MR E MM T A B g R R P A o

4F & it 104 Hz = 7.
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& = +
- 3 + S
_'. —
+ i7 = = +
A y e
+ E= *
+ T +
{a) (1)

Bl 2-18 %o & it &3

AP L ARSI T A TR T A R e Rt E 2 PR A

A

Lo RETEHSBIERRE T LB E I R e R kB
Bl BRI TR SV R A AP IE Y 2 PR ARABAR T T
A R R EFA AL e R L AR
B EE R P RE Y e BR O RFLP R L KT E

o B 2B AMAF(H 10MHD)R FFIT F R 0 s e N T Hen

WS AR AR P A E G T e § T ho) 2-19 -
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2-2-4-5 Y ¥& 1
AT HE L ATECBAT S e TR 2 R
4 = A4+ & + 4, + 4
@ od 303 4 Ak # (500 MHZ~12 GHz) ™ & + &1t ~ g3 f& i 5 b %
ATRFR M2 LR FF " Pl R LR TP 3134

THEZARTHFE - FEY R G R~ Powfmit 2 H8  B20 A

EEA R R EAEEA A RATHL

Bl 2-19 451t 47 5 A& 2R E]
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2-3 4# it 84 (NiFe204, NFO)

2-3-1 % & P.&é‘-’f#

KA PASHL - AL BELWB RS AL L5
o+ B4 s ABX,- i p 1915 # 4 Bragg & Nishikawa f#
¥7 12 B x B 7 (spinel, MgALOY) P! %)@ 8 ¢ » B AA5 8 + i ¥ 5
A GHSAZ Lo BEL SR A OFF A(111)H
B b FCC 7] » Afe B B~ W =t § #iHf & w6 #& N 6 B0
YK 4@ 2-20 -

oo AR WA Y R LT B Bl b ok
o TooAEa 0 A B YR R RBEE CEIE PEL RS
o FE S BOA PR S A feR 3 FEAE 2 H Y 2 A
OB:O:ZEjhipdtddgra RALEFTHRRAPE  SHE
Flo FIRtzi  Es FRE G BEF BT R FEF LT
Bz e G OEGE 2 FdRa 4 o

1984 & »SPRay 7 £ ¥ 37 Mt NiFe,Os % & 7 &4 & F i # 1
Pt % ), &fEF T 07 NiO r Fe,03 & R, F & H
BB R R L TEIR AR B E THREBEROL S
FF AR TP R EF Y53 NiFe,0O4, CoFe04 fr

ZnFe04 % » A4 JWN X K BRI Y T A BEN.
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AB,04spinel The red cubes are also contained in the
back half of the unit cell

B 2-20 % & 7 15
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2-3-1-1 # > BHg i

i&%%ﬁiﬁ&&ﬁﬂgﬁ8%¢i%%m’w§%ﬁﬁ¢i
SRF A AR R X2 23 RRAE LR . R T
Hiffr?  PEATRIZr g BRI G B RAE G M B3
23 8B - AHSF - 16B= % BarF ~fr32 B F A4S > A
P32 07T P T AN 64 B g 32 G 4 0
N TR AY o8B AT TE AL LS e m AT 16 B B a3 B
EALI2 6T H -

g O F L A ABHRFI L ESAFS O FIR ALK ETE
FPERE O I LN FCC AN e s a o a gHHT R 0%
FREHY B2 ORI ZAHMT A LA S -5 435 T =
Wb rn vt 2 e He a2 P o T fEL aR M

SHTE 6 BF AT TR A NG At G R Y RS Bk R

SbhREM-A-Bisitdpa~-bFH RS F o> 7 3pu ) H 2

Ay
i

AR E A AT CDERRG B ik Al
A2+(B3+)20421—_
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hodt ke B £ Mg2t(ARY),03"

Q)F 4 & %
Bags »iikyha My DM - 2d AgT b4l > - 2 d

B i #ribdy » Hil ;4 5 -
B3+(A2+B3+)Oi—
dek i ST ¥ 2 ABFR4L - AE4B X & FFe3t(Mg2tFe3t)02 ~ fraidh
#Fe3* (Fe?tFe3t)03 -
@) £FxhE
Am M Ed - %A B#gs orikdh > B 25
(A B3+)(A2+B )02—
&,@g‘_a-?z%ﬁi:lﬁ‘z 3:% H3 51 2‘47%13??;'&’?“&&%&

G2 M HE 8 XA AT REE T

I ER FeOsit & 55 h PRt gy Rt AR g i
b B A RFIE ST LS HE B L Asitewr Bsite er 20 H 5

S5 pm x 90 pm ¥
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2-3-1-2 % & F R A1
P i ydpdi o d X R PAE WS R TAT £ G &

-n\¢

Rixde B ae * 5 B
MR H & T T U 428 7 Hendrik Anthony Kramers 2 {5 #
Philip Warren Anderson # ! 2_ 4z = 4% 1% * (Super Exchange Interaction)
W4 fERR R BN S BRI ES B2 LT £
BY B2 2P B T R AT I -0 3R
MRS LFEET TS BITMZBEEEREF2Z LG58 a Ry
AL R(Hundrule)i& @ B+ 2 2T F gy p 22 h3p

e s F e RS a MR FSEmE R 4op] 2-21 -

Bl 2-21 A2 2 3 17 % 77 & B
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—

Mo F Y4 LA BT 0 F OFEET 2 2p LB T 3 Mt 2 3d
ﬁﬁﬁ&%#%%ﬁ’&%Mﬁ%ﬁiﬂdﬁiéﬁiﬁi%wﬁﬁ
1@ (Pauli exclusion principle)m #- O3+ & ]2 Mn** g+ & 3ip k eh
B e 0 @A R FBREDE G el 2-220 At a BT 0 A
BWIF BRI LZ OP I Mend & 5 1258 » ERH L 3 5% 33 A-
O-A~B-O-B:ad 3 F4 24p7F RILEE42 P2 Fl & > Pl 4
EF 5] FP 1R ASB#S e oo ik R AL R Neel djF

PEE VIR IEBFEZOL TSR
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Mn?* o> Mn?*

B 2-22 Mn-O-Mn 4z % #% 77 &, B
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2-3-2 4#iEi 1 k (ferromagnetic materials)
2-3-2-1 BRI
1928 & Werner Karl Heisenberg 3 & + 4 & 31:8 7 Weiss =7

WRIEH > R R EEE O B adzRBY 1932 E pF > Niels
Henrik David Bohr # 37 F B2 fe L8 T = # b 38 7 SR
%0 2 3 1970 & RE L E IR

Fe~Co~Ni 43 MEFH T2t E 5 @l 23 %2 £ Kk
WHPRIE - FHZLF P RT pFRI I pFEECTFR T
# L (magneticdomain) » 2 R 4ck 2-2-2-1 F &2 2% & BRE
AR I ELRE ARG 7 F 1005 100 BRI > A iEREZ
TP EL L

PRt RIZE D N paz AR+ HT 3 F 5 - e
(exchange interaction) > @ 7 + 2. A + BET (77 m E 3| p Fieit
ok TR o de TR H AR R D B R S > SR E)
NER O RBEZ BRI R A VR R EREE BRI R

WL R 2R 0 drE) 2- 23
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Bl 2-23 BiEs AW

2-3-2-2 e
BE ¢ Bk enE A L R fRAE(magnetic dipole) o - B IES H
Iovchgdd o g R T 4 R BRI RS RS e

3w d pRbFodpe et Ve 47 08 2] RIBE

,.\
=
ZH
4y
S
ﬁ\
—_
[
=3
>
3
o
3
D
=1
[
é

Mg = eh/4mmc

el TF R
h: 3504
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=R
|l

A

W 2-24 5 pwEE

(2) ® % #uiE % ¥ (orbital motion) :

RAPIREZLRTFTEEFEAL EFE > PR 2T HPR

v

e id N BB Moo 4B 2-250 ¥ &7 5 ¢

M, = ehn/4mmc
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Bl 2-25 T 3 #uif e

@) F+as

AFE R pE LpEN I REBEET T P EBE

HEdpd ol oo @ F R pak gt

=i
udl

B2 APT ER O H P USRI REF L E 4 LTS
R T PR RSN 4 RS- R R ER) o T S

AR BERIIIER 5 4B 2.26 FFom o
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B 2-26 g2AE L 3 E % 4
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2-3-2-3 T s g
Bp RS HPE D HELGERMBAL L 5 K2

B e 40t 5 tM= yH; y 53%4 F 2 & i & (magnetic susceptibility) -

Nud

VAo MHBRE IS RR o
BT A LT B
(1) ¥ 2+ (diamagnetism)
TR F B F A T TR ARRARE o
BREMF x5 -1, f BN 5-10° F 430 e iy 2 8 dodie

:rir;&» Jllﬁﬁlﬁi*j’*ﬂr_ﬁ 'g ’ F@T"L J ig‘ QX 7‘ )‘L 9 F’,{ rF@I’-"#}j‘

FRR2Z FlR L kgl F g @® R d 03 Y & -

PUF 2 RF PG - BACRIPF 2T F I AR FLE RS EF RS
Pt A2 2 RAERAR I K o R W FRES T ERES R T THA

L N - e R ?Ht@i%gg,ﬁi‘g F ;F:—f:{_ii’fga‘—, PR
B adEmAd - ZREd Lentz 2 2ot eagard k2@

Vel 0 KRR T BB S b2 L EAE o

N

&
5

5 =2 5 2oL &g
Fo R WHEI F 8

7

RAM~» SRR AN 4o 2-27 -

F
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NP

Bl 227 F RIS e i E ABET F R B S B R R M

(2) "8 2 1+ (paramagnetism)
B MR F a3t o BRI F y n g 108-10° 5 vk < b R

Bl s BN B o 2t A Lo BB > B B R T N IRERABEL

i}

AR AL TS ROTES Y E e RS L EBER T S

7

o

Foltd WRIFLEBES DI - a3 S M2 LEpFEL T
LT T A EBEME R P - IR 2 A2 TS kRS

PEn e # L uBRiREL T - BT RS RS g

A EEFT

ERALE S SRR T MM o L B R

C: ALY ¥k

T: 9%ER
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Rl EEAEE LA FERH A BPEF BN £ R

G Fl AFRESET B FAERAF 0 4ol 228

R | =

Bl 2-28 "ERAAEY TRAEE S| 002 B g R 2 W

(B)aBr e
WEE Rz A B FHEE G - R T ERZEBEMF y 0 H i
)’

101~1060&“‘E@'&#B}?’m7§!\’ ;,H? j\-é/ Pb"ﬁ S E\Iﬁ—‘J’?"S‘ r_ﬁ 3\%:’\;}5‘(;}, Av\ vvlJ

PR e fri e RBRBEMLE S R M hBEEF D7 i)
SiEr T ﬁ*%‘]“iij%ﬁ‘b LIP A o RS EE T s HE R T

frfote o TRM PRI MR R IR e R R
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7r M R AR A o

ERMH EEARLBEE CEFEARLF 0 d HRER

-

2 PR Hide 0 REBAEBIEG L L AFR- S e 0 B A T ERE
WAVERAM > 4o 2-29 0 BEE MR E F S 0 L B G e

Egfol &5 (oRAI T &) IrAR KARR ¥ kR E ¥ -

= | =

T, T

B 2-29 4B ’%ﬁ@{ﬁ;}é} 2| IR DIP A = S E R I i o] Y A

(4)F 4214+ (antiferromagnetism)
Fapilts Bt up it R AT - ) DR F O gk
2 BAERE AN 5 BB AP T 7 oA Louis Neel >+ 1932
EFRAPMETF PR ApF S oo FPt B F y S RITWE .
By 2 oo o Dt cngsdn s Fla Rl FE R
TOREAR)ERERER TNFE T A A kR

(L) B3t * BB 2 % % PIEE B4 FaT i 5 F e C/Ty

s‘(
H

Q)X M EET FA A P B HER OKME T FREMF L E
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EROKTILERRZE L5 g p 0FbEs T ClTy
SRAGRERR GO RPN E e PG R R BT SR AT

Al m R A A 1T TaRE o B AR R 6 A

-

TAIRARTVE  FI2ELfan o bR EBER T 3
2] EAERCR A ] 8 T WeiSs R R F BB T2 B

TR HE i K oy G

ﬁ%«l‘zﬁiﬁ@'ﬁ;ﬁ'??L_/m}imj‘ﬁ*i%& NeEI /_w‘}ifé:* /@IL‘ & :‘;ﬁx”‘ LE'J_-_
ez &3 o4 2-3003F FiEE ~ & 20 A,fﬂ*x* TR AR

3 % = AL AL
£~ & ;éﬁﬁ,ﬁ’b‘%—%—?‘io

=< |

B 2-30 F 4B ltdr TaE Bt 5] 5N 00 2 gt & e iR R DB TR
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(5) I st
AL AR > AR M RBFRET > AR RN DT ERN S S
Bl AR g 0 R B K2 R MO S F ot F o 1
10~10% e H PR ESHR S F SREEEFIARZFRAT > ¥
B F ARG enp BB T A ARE D F o 2 BAET AP 1S 1
FIR A B2 p oW RAE o
BAEC G BB THBRS T T T R BR @
B ERAER TR BT~ p BRI RSN 0 FlE T 1 REAE

PR 2R pERL AL R TN -

‘F_‘L

PR R BT I B R R MR IR s
WP L ABRS S F RS G AT MM o oMl 231 e R L
M TR B F G ke 4] B e BRERELF - F R

BRI L BESHUEEUL NFE ) e

x|

Ty T

Bl 2-31 L ABE LA TRER 7 5002 B e B R B T4
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2-3-2-4 4B T B 1L BB & A (hysteresis loop) R %

F AT BB - B P ER L B R T bR

NEHZE e o KA AR R Bt e B H R RES T U]

2-32 3452 o

Bl 2-32 & i e £ 2R TR BRI 2 M T F

OAMME T PV EST T H2 B 0 4R 2-33 -

NN N
SR

8 5 3 wE Yy —
a b

N

B 2-33 = L 2vEEE a-b
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!

B 2-34 B £ ZvRkE b-C

BC & : JM AP BERERIE R o @ H g b2

o ‘&L"g] 2-35 o

AV
/111,

NN

B 2-35 = L 2rvEEE c-d

CSE BB iEbd 3 1 Tefodh v H = o8 b dopdf
22T RWRBELNE RS PRGOS LREL B A
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B 2-36 = L 2rvikEd-e

PRI S R RS R FN5E 0 E I M PR
ST Y= o WA RN P AN N CR A S RE e S R LR 3
Bt R kA A RS R R BRI  §
AERFAFLABL PGl AR ERFE R
hAvAR R SRR DE w0 B WL FA S o

Fh et hBEHEEA 5 AR RGO RS EE b
40830 AAARZF v RS ok o R So BB 0 B 4o B
Hi UiEm E 34 fois » T3 LA BRIV HR -
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wE AL B

Bl 2-37 i &

RS (R BRAG-ERTFZ - FEABEGPL T2
EALER RSRErTeAd A p e G Bt a5
2 EAE o e R d WE S B2 g BAR AR O RS T M £
7 REARw o
5 Weiss 2= > 2 1 5 y (magnetic susceptibility)22 G $¥+8 & T

erfid ,a—t ; :
X=C/(T-T,)

T, * 2 AR & (K)

C :Hki iz il ¥ i
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2-3-3 s i

a4t (NiFe,04 NFO)H - 2 42 B i B 3 L 8~ T B >
frf MBI HPEZ FAL 2 BBEESF TP SHELNF XL F
AB,O4 51 (inverse spinel structure)éss 3 #8444 > NiFe,O4 T &= = &
e BB R A2 - o d W H C R R ]t i B 5L
% MFe,O4 77 8¢ MO - Fey0Og3 -

boB12-38 £ o s B Y 2 AdS (NI g+ L2 1 67 pm){r
B+ (Fe¥ z_ g+ L /T 1 64.5 pm)# /i & fofie =k 22w B 7 2
H 2ARF 0 IS Lo AR Y 2 OPHES (485 ¥ 1 140
pm) ¥ & < * =+ 3§ (Face Centered Cubic, FCC) » @ Ni** -+ fo38 4~ 2

Fedap 3 bk ~ G AU T M ® » 4T 2 Fe¥ i3 Pt a I H° o 7

F},

NG R NP oe 5 B8 B eFedtEE S 2 P ehk T (T YRR
mdHARIBEL A R BN T AT 1 AR &

)%/7»’ T - :{”j-"‘li‘f—k 1) . i’}’#l\:&i 1“‘37—7»"1‘“71‘\:4} FI w7 Lét;ﬁ 3& °
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SRR R R EER  ET  feR R
FAE R AR T BT fodirko S B BB MM -
LT A BB AE ARA AR RIS
o ATE KRB RRY A8 LG RA B E ool

HEEATI R S A R s T3 ) R E T
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ERARAE LIRSV EER 0 BN T FE-F o ST

] 2-38 NiFe Oy da 1 -3 o & #-7)

T LAY Y MR S H R E R - R
PPy 3 BarEE: fde ! R PR 2 B RERL
11 NiFeOs 7 AR PR I B RE > BET T WP E FIER ¥
oA BHERD Ft g m o R R AR W F € R F R r ik
?é_ij?f%%;‘;]w\:é@eriOz BaO ~ CaO ~ MnO; &t V,0s & e L H

B A e A BT
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2-4 77 (magnetoelectric)+t st

BRI 67 CEME A BT A BE BT kS

AR JHEE T LT FREL G ST BRI

S ? Ho2 B a g LA RFEEG w A3
HEx- CRRFRP  PRARNEEE - BTN ZET B

Eppa b ABTHE KR L e NP HEL A

¢ B 7 2 (Magnetoelectric Effect, ME) -

2-4-1 BT 2l
BT R B A U 5 A48 8 kgl 0 17 4B T R R

T frB B R B R Y gL f T R A LB T Tl S

AR Ao Y A S R R GLBEBR AP £ BRI A

AR p BB F L G- MR RHE TN AERTS T

PAENA R RR I RETBEE 2T RETH MR

=h

B R K R AT A R & R R T

cESESTE T SN LR 1F SR RSPy

pPRETIELSY Fiol R a5 & R i s T

BT FEREIRERT ST P €2 Pl iy fi%’ﬁé -

e

Fla e H1 72 2B TAF2 /e Fr Hgdesed g s & (T
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s FEFG

BT HARLBET BT A §F > T3 EY THR B
RRFRA N SRR ] N 8 TR R iR
B F 2 o BT HAL S 5 - K £ R i £ 2

Pl B AR kAR S AE G2 A AN -

2-4-2 BRI
BRETHEY ZARFALA A8 AN HE- pRETHMEE &
BT TR LA TR P FILNRB A ENET R Tt

Rs Rp A AP -

(1)E - tpd

WP ET MR X Vime R PR ES T B
BEARTEG Ao E T A A B RGBT T RR T B
AP S BT e 2 BT TR KR TT GG
Z AP E% AT S BRI ART (R K LY H
B ee PP RENE -

PR T R I EE RS LR S T
BRHR S TR ST BB Bl M P BT
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ek pATA A DT T s A KRS > - i
BHA A gL i EaEe T laip s R kR A

Eﬂ B'_p,\.xfé 'F)» °

(2)4F & BT HA

AHRETAFEMFERT B2 P RE L5 BT i il J3
BT EHEH 7 BRI ki d i HBT HE DR T R os
BRI N 2 e I RL G 5 B AE 2 S
FHAPFHOTHFHR - 27 47 5 ¢

dE/dH = k; - k, - x(1 — x) - dS/dH - dE/dS

dE/dH : 4f & ¥ 2 T 3% ik
dS/dH : 4F & #F * Mgdp i ik W G5l
dE/dS : 47 & 1 7 4T 4P PR R
XA B R At A

ki ~kyt B AR RE 2 488 e
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i P Landautheory @ & 2. #ALp o &t - B 5 2 H B2 R 250

X

—_ —> 1
F(E H) = Fy — P°E; — M{H; — ~ €0 EiEj
1
— 5 Mok HiHj — oG EiH;
1 1
—3 By EiHHp— EYiijiEiEk —-K
80 /T ?_, # gic
Ho - WS

FHt RN ST RS » 2 PE R S 00 e

1
1
HoM; = oy E; + EYijkEjEk — A

P, : {& i (polarization)

M; : & i* (magnetization)
Bt TR R EE RRET R BRI T
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2-4-3 BT RF BT
SRR OB ES BT EHP L] S I AT L i

T#ELQ)EJ\-:* ”LFIP'H MEﬁﬁ:l bLLI@;ﬁf@_%Qg,J‘Q—aﬁ%e%@iﬂ%

v

=

(D)€ *

BT TRUEEY RA 2R GEHE 2 A K g R

~xmh
Py
=

3

=

Z_ 2

WEF oo 4 d A ARt GIEEE T BT & R PET TR G

N
ot

$EE PP, 5 BT R 5T Gl o BREEBT AR
&R e dF b i 2 RE AR [38]
BRALLBRECBT A S BT o L R

CEE el W iERE A e e o

(2)4 1

BRA LMY T B eI s e ARE S PV R B
Hoflenfdin o FH Y 3 A K B2 TR KPR ZE M 3 s
AR A B R R TR P e A A TR Ml and
F @ -z 8 - gE M o T ldEied BGEE KA
IV 0 R R MR s R 2B
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(3) 4 #xix
B BEA AP ST g R F R SR TR F R
FAEZ A ER LS RERET AP BR SRR &
RS o LI T K R AR Y A 4R
mAG X B2 BT BEFOE R IR RS & A
BER PR LFIALIBR  # SRR FEE KRR

3% HEPRIEE M B2 PR IRs 2 BT AT AR £ 2 dcd o

4) i & HBITEF &
F:E#EIU* l—’ﬂ% { F}"%'ﬁ %'i(@ﬁ_,r*'fr@i’/( dé‘fﬁ']ﬁl—idljﬁi 72“?1’]_?1:/

®AF S PR R T ML Tl R R AT R R
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2-5 % % -5% %% % (sol-gel method)

1939# - W. Geffcken{rE. Berger® * 7 =t = 7 {[* & s @k
fRfosmp i gl g g g 8 31971 » #L B 4 H. Dislichr
N ED S e g IS S AR T (R d X H

FLE G BT R

W

H2 )% g3 Bh(sol)z i 2 A548 » A% £ 373

o
D=
\§M
<l
b

Bz FmT o BRI A g (gel) ik o AP AR 5 WK g

M E R SR R RS R EARY > WA

W5 ) 2 A 0 AR S TR L L R B o F R R

PLEEE T E o P AR S H 2 e .

2-5-1 B %-#%% i T &

B AR TV S S A

(1)7% %2 * (Colloid)

'E‘;}F]’A”Q 4 2.7 ?ﬁ% ERE S \/%\."35"]“1 ’ ;d—#f'_:" R R E
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RERGY SRR AL R RS A G T RO

Fenk s 3 FIer o 35 d 3 f£ % 7 (Destabilization)m 25 = 5 5% o

(2)%. & 3 (Polymerization)
F »}g %ff’bft 2R EEH 4B IR Pk %ﬁ_‘ ¥ i Jf;".ff‘i’}{

;}%}’.

BT B OB T RIS KPR ER LB SR S

fR2ORHEEY A N ARl ORHES Rl S i & &

\m

Bl

Ex

Jestk oo i F R R B 1S ) A R Rk X F G (semirigid) 2 525
BRTRBBR R ARMA T A0 RES T HRL

um~1nmz ¥ & BB FR S > & - BT p 9 210°2 10°B &

——\—

F o 2 N H IR e 0 A AT VR IR RN T A
EA iR ok AL €7 B TF PER > DT A

IR R irs 3 o0k - R FEA 0K B+ v g d @ 7 g

FORRIAEARD > 5 - B ER RO HEALSF T - Bl

’ﬁtq—_@o”}\ﬁ;j‘fﬁgﬁ B2 (6 BRI ATAPIT L FRERR

T ST 0 PR F R > BB EH AL R A5 8 L
MNFEIR S RA L DI GRS R s 2 R R R
URCEUERCY EA SRR S £ RS L L SRR A St

FRAK 3 AR Ak § - LR SRR
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13>i

TP L R RS EE R L R S Y

PREORE S REgE AL Rk g AR > 4oB12-39 -

. Ju? :
Colloidal detal s-iul; or Bilends
1 i alkoxide | ;
e Precuror \ %1 ouke
SOLUTION :
.- X geiv
GOL: @8- - I \I'
| : .I“...." J'-’-:"". " ‘\ -
' T INOrganic
Colloidal particles + l polymer molecule
L POLYMERIC GEL

COL I_'ITII'D.-"..]:'-‘]IIE.T_I. : ’_i ( -
% &

DEYING and
SINTERING

'

FI\.J Wet ., t-lq »&F , coalin E! , I IE!I:I-! Mane, n Ii.'\lI:I.I.'|] 1 !h

Bl 2-39 & f&5 s WAz 7 X W

2-5-2 B}-5%iE R

B - AUKRE AW RS2 LABE
PERPPATZ 5P ORREFRFA B B TR R
EHAOLEGeR  REE A AL A N A
L phpte i FIH G L F AR & E - i
R - FA T AR S HiERTY ¢ 20 RE P

e R ﬁ';’ ~ f%ﬁ?i SRS ’ff’/i o FLTW[Q #B/% B}j\ I—jg']# 7% mﬁ#ﬁ' ‘é':*#‘

=
o
m
w«-‘)

f-Rm R E A E N AP REFRT REL e REY B g
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B &R nid AP o SEKEE A S FPREN 2

/%X'\é"ﬁ*a'%' ‘r-w /}

54

SR - RGP R RY > SR
feB AL R G 2 B B R R AR AT

¥ 2k fE

M(OR)n + xH,0 — M (OH), (OR), , + xROH

54254 M-O-M gt :

(1)2 -k 1= * (dehydration)

—-—M—-OH + HO—M— -» —M—-0—M— +H,0

(2)4 % = * (dealcoholation) :

—M-OR + HO—M—- - —M—-0—M-— + ROH

<
e
w5

pu)
Bt

KRB R E F 2 @ F AR RO A R R B A VIR AR MR T
FR oM ERR T A R R P RS EE T B

FeAIA AT A ) R BB A BB R R B ER ok

w:>»

fRAZR ~ 2 PERARRE o gt eh o d 03F SR EF RV AR S g L o
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R FIEGE &2 EE IR R-AE R e ol < 3R AE
BaBEAT CFBR MOR) S & & &3 53 M (hek)

PAET 0 RIPRLLET o

2-5-4 BB
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2-5-5-3 EHiv%k

GRS ER L SR LA B b
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2-6 F & F &2 (solid state method)

1927 & > W.Jander 5 £ W FEF B2 Ha & 84 5 -

—\
41

A E 2 Ak & sEte A M. Ginstling f- B. 1. Brounshetin = 4
o SN AN S 7 to IR ALk s m Gl Valensi fe R.
E.Carter Bl ~ W% £ 1 F BHAFZ NI 2 2303 2589 o izt
AN E i F RE(a)frd 4 Sfic ) 4ods RIER X | S F R
B~ F W 8cF2 3 4ph o o

TP A B ET AWM G ERY - B eI i
TG 2L EBREITA &R fom & B EE T2

SR N R Al (OF N s

-

A F LA L R
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SATHMAFZERA RN T R EAAMELELCEE Y
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2-6-1 A F Bz A

HibBE % R L FAEF BRI TR R
BRAELCERF Rt 4 B L ERY o AR - k2w
G hERF i Fder L T igEe -

KF R diEaz 8% 2 ko I EEF B B ar
FAG I EE o 2B §F b A i cE s 2 A
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2-6-2 A F Biz h 2
BERERY PREF R R Rae AL A FRF B2 AR
LG AR FnF o #4275 B ARG

() Fgtenpifr 58 T 30 a A sk 2 B NG R

3R ke R R b i
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N
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Er
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F i F R 29 F s (heterogeneous reaction) 5 — A 2EISE F
Te2 3D 300 F B2 B 5 D B B R it FI00 0 A 2

#5oR
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& = kof (@)

ks: #ﬁ’t

f(as) - }%“‘}'g{

2-6-2-1 F & B EpH %
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FEaER - A FRARMER TS € EFHIT & FHIT
Ko H R B AR LR EF R IR R P B A R Ak

HEH T AFEFLFELET AR IPENCEE BRG o H

OERE - ES SEESNE SN P EE T 3
T o
(QF BRGERYF i 2 GHALGREUE S L 2AR L

S EF LAY PR RS 0 2 28 T 2B - Rl

o

@) 2?3 F R’ LERF MZERERS 5 F BF 4

MEZRR -

2-6-2-2 R 4 1 £ ARHE 2R
Ginstling f- Brounshetin if #8773 % ~ ¥ Agsez &8 % {5 2 [ ¢
REFEEF BB ERET OIS F TR RS F AR TR
FEARTHE ERE - FLF B THE S F SR RS
GIRIEACT| T - FAPEEIG AR L oEn RS FEF BB F R
FARS TORLFEF - 304 SR SRHE G FELEr o

FLARE T AR B2 -
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2-6-2-3 B
HEEET A AERES - R g E A hd e
PR SR F TR RN Y Ty S S IR Sy
PR EHFE

BRI IR B B2 fe R & BTk E T M

BOIREERG B BRI TR N e o @
#£:2 73 »R 3 0 el 2-40(a)

FREE RN o PR AR BIR R Y YA R AT Bk TR > Ao R 2-
40(b)

S Y P BGRB8 D BB B RR HTRERS A
Pedes FOMEE ”ﬁﬁikﬁ-%@2m©-w&ﬁ%w&%fﬁé@

TR RAT B o Bl £ ) B RS AR RR o

(a) (b) (©)

Bl 2-40 Braprage 2 )
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2-6-3-1 F pdr i 8 2 &
PEREFREF R RRF 0 R R B pfed AL £ R
g B R TR RRY T F B e R RS

(AG<0)2 4% » Lvh5 AG 2 EAXf » Higd 4 4% o
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gt Jander * AR¢ A H i R ¥ KB IERL TRyPT 2 AR
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2-6-3-3 L &

B R ¥ R O %’3%

-

T NF R HEENAFRA LT
A RER R PR R o B K M R0 PR E L 2

fiE -

2-6-3-4 )¢ 4

WARE BT R E AP Ao oo BHEELF
WEAR 0 RS G NIRRT RER B R T BLE
o RREE BERNEIR Ao REHEH R FAAERF P
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2-6-3-5 F B B
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FORAF CSERLRECMNEF TR HF Al
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2-6-4 BB

I FEF it & X EE AR A
(1)l Az ¥ 24

()l Az ¥

(3)= & i

A F 5

(B)k # f§ H

G)F 8242 BTI1ERAT Ko

PR R E e e AR WF I BFERE g

2-6-5 ¥ 8t

EF R kg R FARF i Rk R EF VR
FAik T4 B F b4 B2 5t aad ik n ALF BIE-
faztiofp 2 F RiEAE - o 2 WETHHEF B4 B4 FRGEFFY
o BER T R FEIAF B2 A REE S RE S ERECERE 2 AP RS

o R BT T SR G 7S

2-6-5-1 t394p & 4l %
HA 5 5d R SAK 2R TR o SRR AP LA
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G oo FIE R AR A0A F Ak o 2 T F R AR

R R EER L IE R R IEFELCEF REY 27y

2-6-5-2 B4 B
PEFEZILFAMSP TR E RN M RS TLFR
AR O S Bl ROR PR R B - SR R e
FEF B - HFEABETANES  F BRLEREF B
POIRE AP BERATIT R R R AP - R ERERE K M FGEF

Rod 2 T Bh 2 F Al b SIS £ 4 BLE & -

2-6-5-3 i /LA Fe 1S
LRE R AANE SRRk P 2 W FE R{edf i
o PSR 7 FIp g dl 2 SRR B o AR B FF B 1R - R et

Floreed WieEaE S fE 25 E o RFTAEE S FRT

PrAlenig e s fem B G BB L REEAN
2-6-5-4 F B B
PEREFREBIERFITSF BERE L ‘*%&Fﬁ%%égj;{r’

FRefBEyHr REAFELRTF -2 §F REFF F P

oA 4 chge it ]“’f’?ﬁ’ﬁ—s—"’ et on HRE B AERICE B ER A
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M= A * FH iy F &2 (solid state method) £ %

=% ?%*%55%

W52 % (sol-gel

method) % # &% & 4-(PLTiOs) 22 4 ik 44 (NiFe.04) 2 ¥ — 4p48i T ~ s

A

% >t NiFe,Oy 12 5 4c 2

FERAR &0 B TIR VR B B B R

H};b o

\\\

L HEINL ANF iRt ﬁ(l\/ln),—.”, e dr s ;ﬁﬁ—ﬂ ,,9‘4\:% fe bl ) 2

& 11255 PbTiO3-Ni(FexxMny)Oy >

H¥¢ x=0-~0.015-~0.030 ~ 0.045~ 0.060 ~ 0.075 > 4= % 3-1> 11 ¥ 3t3%

R e 2 3R QST BT A MR H A MR R BT

TR e B F ik 1 5 B-5tis 2 G RinALA B 4c ) 31

3-2 #177
%031 gl b 4
PbhTiOs-Ni(FezxMny)Os

X B R R ML) BE

0 S-PbTiO3-NiF€204 g-PbTiO3-NiFGQO4
0.015 S—PbTiOg—Ni(Fe1,985I\/In0,015)O4 g-PbTiO3-Ni(F61,985Mno,015)O4
0.030 S-PbTiO3-Ni(F91,97oMno,o30)O4 g-PbTiC)g-Ni(Fel_g70Mn0,03o)O4
0.045 S-PbTiO3-Ni(F91,955Mn0,045)O4 g-PbTiC)g-Ni(Fel_gssMn0,045)O4
0.060 S-PbTiO3-Ni(F61,94oMno,oeo)O4 g-PbTiO3-Ni(F61,94oMno,oeo)O4
0.075 S—PbTiOg—Ni(Fe1,925I\/In0,075)O4 g-PbTiO3-Ni(F61,925Mno,o75)O4
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Ball-milling 24 hour

PbO, TiO, NiO, Fe, 05, MNnCO;,

|

850°C 4 hour 800°C 4 hour

PbTiO; and Ni(Fe, ,Mn,)O,
A 4
Add PVA

Grind and stamper

A 4

at various temperatures

A 4

composites

B 3-1 B F it i ies T AF H i AL
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Heating and stirring

Pb(C,H;0,),
Ti(OCH(CHy,),),

3/2 2~
Fe(NO3)3 - 9H20,
Mﬂ(CHsCOO)z

Drying
100°C 48 hour 100°C 48 hour

MiXIng
PbTiO; and Ni(Fe, ,Mn,)O,

Add PVA

Grind and stamper

Sintering

at various temperatures

Done
composites

I¢

W1 3-2 i3 %-5e0 ik W PR T AT M A
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WA =¥ 2 BT AFH L XRD 2 47 248 & & 1 24 - TMA RIE 5

MEAFZETEERLAWE G L NP AKX EZREERAE

SEM RIELZH 7o Mgt 48 BUle 54 47 0 B8 1L B A 1T RIRI

HE o R B S FlAo B 3-3 SR o

Bl 3-3 B % AFHILE £ R AR F
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FIR%HE &

Ao @7 SR Epfrd L B s B BT A

(1) Lead(ll) Oxide BA T B R 44 99.5%.
(2) Titanium(1V) oxide Riedel-de Haén, 99%.
(3) Iron(l) oxide Fisher Scientific 99%.
(4) Nickel Oxide Alfa Aesar 76%
(5) Manganese(ll) Carbonate Acros Organics 44%.
(6) Lead(ll) Acetate Pefeit 1 $R5% 4 44 99.5%.
(7) Titanium Tetraisopropoxide Sigma-Aldrich 97 %.
(8) Iron(ll) nitrate enneahydrate Pefeit 1 k3 £ 4 99%.
(9) Nickel(ll) Acetate Tetrahydrate  PF=feit 1 k3% £ 4 99%.
(10)Manganese(l1) Acetate BT BRI LA 99%.
(11)Acetic Acid Scharlau Chemicals 99.7 %.
(12)Ethylene Glycol Fefeit 1 k38 £ 40 99.5 %.

(13)Polyvinyl Alcohol, PVA %% & |
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3-2 #HAR
3-2-1 AlF B2 A& HH
(1) PTO $a8 8l &% :

#-TiOp v PbO M E Bt 1: 13§59 % 12 5 » i %5 5
F g &3k 20mIPP B v oy ¢ ,gig?ji%;; LAt T AT EL B
B Y 2 400 rpm 24 hr B K ik sk o 1 X {0 PP
RBCH - B MU S ES wfs o ¥ f CAEMSBY X~ 3R
Yo ¥ 1 BS0C EMEIRT 4 L PpF FHp RAEERD S LFET o

T¥ 7 PTO 4 48 » 4] 3-4 -

(2) NFO ##8®L & :

#-FeOsfr NIO M 3 Bt 11 1B~ £ 593 12 5 » 2 r p
FOSARF ek 20 mIPP R Y R AT ST AT R
Sdeo B O~ TR B X 400 rpm 524 hr B F iR TR B o 2 A 18 B

PP B v ¥ o :l&—%,,@é‘ruﬁzrﬁ,;ﬂ 3 dmds 0 T E[ O F CAERRT > %

T

» BRI BO0CBMERT 4 L PF o p RAFPIEE I R R

¥ 17 NFO %48 > 4r® 3-5 -
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B 3-4 g5 2 PTO %5 48

B 3-5 B s 22 NFO #- %8
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3-2-2 BB-FBE AR FH
(1) PTO %= 1% #% :

FEB~#1 % 2. PD(CoH302)+3H0 4o » i £ enfig iefe 2+ k& 5 1M
2R 0 1200 C e A 30 A 4B 2INAME 0 ERERRY 9
AR IR Pl L b B2 R 2 H R 2R RS e TR R

Zw RS 1200 e I 30 A 0 E B R E S
fer 50mle —p#EERAF L T @ IM2 PTOBiR -

Hept g B o~ 100C %40 %) 48 ] pEige = g Stk o e 3-6
AR ED wfs 0 s B R M 8O0CEMERT 2 o p R4

s B T s T 8 PTO 54 -

(2) NFO #- 1@l % :

2 477 £ 2 Ni(CoH302)-4H,00 4 » grpe | IM 73 ik £ 2 fi
0O120C he B IEAE 30 AT FRE R 2R MR £ b r 3 R 2
Fe(NOs)s » 9H,0 2 Mn(CoH30,),-4H,0 » #6311 120°C 4e #4845 1 -]
B jeEhe o~ 50Ml e - R B 1) B > T @ NFO 3 i -

YAFE 2 B2 NFO ik % » 1000C 4 ¥ Wit 48 /) B 5 4 f 4o
B 37 X B s mps o 5 » 3% 2 800CEERY 2 ] FF>

BB A s e @47 g 2. NFO 588 o
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B 3-7 357 48 /| pFis 2. NFO b
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3BT A2 UG
AEHAS FRLF Rid A3 1% A 22 PTO® NFO
Wb RS RURBT L RS
FARLRUBRAAFA B2 Lz R FE(PVAE & 0 £ 4
18 Rz 4 B ok #EdT v 1S 12 80 C A B IFE T 2 2R R

T ¥ (% 10 Wt %2 PVA i3 i -

3-3-1 XRD 4 £ v 2 B U H
Bz e 10wt %z PVA 1 H 2 v B s R R S X

RIS g1l ARWE ~ FlEREE Y > boB 3-8 %k R

N

7 12 140kglem? R 4 RHCL A dh o TE BHH A 4L E 215
mm> 3 5 1.5 mm- 4@ 3-90) > EAFEF REREFLE > £ SEE

Bryedk i 7 it 7 XRD $e544 470 2 S 2 e .L;f%g

32 # WA P RLATEUA

X3kt m 0 A REE Y BN RSP 2 140 kg/em?
R4 B L A4 VEEZLISmMme 35 3 mm 2 FlE o 4e@ 3-
Ob) » “HHFEFEELERL > SEAERHE LT 5 3mmx7 mm x
7mm en=x o f8 o 4o 3-10 0 F B R A 47 RIPIFEE BUDE Gl 0

GRECE FTECE ¥
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333 FBARERIZAMEAR
AP LT RATRE Y EFEL S E3mmx7Tmmx 7 mm =+ )
Z M QW R EE LR A R R R T

TRAMERAZ FEARBRL S

33-AFH AT F s AH AR
#-XRD st 247k 22 2 < A 2/ 15mm~ 3 5 1.5mm B

AR EPE 5 R TEYHG E = fhy |33 mm 2 k&

3-3-5 e p A7 K2 Kt EUH

P03 it B AR EEE Y o Ao 3110 * g R 140
kg/lem? er/& 4 BRBE1 A48 w1840 20mmx4mmx1.5mm 2 & >
R 4] 3120 LR M S B IREREE T A REA P REF AT

B 3R & BERY O TR ERESET FAT
TzZMAHY B miELirdeeT £ 3128 3297 o

Z U R B B E Y E AL 10000 0 b B R £ PERVAE (T
LR BRI 2 B Bs A R ETA > AT 1B 100002 M B
CESEENNEE RN EE-£ SN A N a2 TR
e XRD b4 Bl oH g B 5ss B R0 R & MRS i
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33 BRER S KRR H T REMG T

o, A, P

Bl 3-9 2 i 15mm > 3 (a) 1.5 mm £ (b) 3 mm [l 4 ;& H. 44 B
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B 3-10 £ 7mm-~F 7mm-~ 3 3mm +i4 8.4 B

B 3-12 £ 20mm ~ & 4mm -~ & 1.5mm +o3 H. 4 B
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3-3-4 BT AFHBEIERIEE

% 3-2 B F iz W # 2 s-PhTiOs-Ni(FerxMn)Os i 3 48 #14F & 4 )

SRBER - FEM G

PbTIO3 /NiFGzO4 gl 3 " ’%% £ 33 EE‘*: ¥ 21w gk
. m R 1=
molar ratio C) (hn)
0.48 1136 3
0.63 1123 3 % 7% 5 5hr 3 600°C -
0.77 1113 3 ** 600C &g 2hr> ¢
1.00 1100 3 F 3riELERER Y
1.07 1097 3 % 3hr-
1.41 1083 3
% 3-3 3% % 8 % 2. g-PbTiOs-Ni(FeoxMn, )04 T 48 H4F & W 6

’% ‘}, l_L ‘\W
gl g

B~ PR A

PbTIO3 /NiFGzO4 gl 3 " ’%% £ 33 EE‘*: ¥ 21w gk
. R =
molar ratio €C) (hn)
4.0 1040 3
6.0 1029 3 % 8 & 5hr = 600°C >
F3riELRERT
12.0 1015 3 9 3hre
15.0 1012 3

- L f,’v]] =4 ;}A} EIJ

Soo XA HH AR L e A Rl e

IJ:7 k%ﬁ‘};éngl'—k"lﬁ’ﬂ:;/

BOUME Gl s R R >~ & B MBS T A




3-4 BERIEE ST
3-4-1 X sk 3844 45 & (x-ray diffraction, XRD)
BETAHHREASELE S 15mm . 359 1mmz2 st o 4R
3-13 2. X-ray 5t 4 47 ik (Shimadzu 6000):& {7 & £ 5 H4 47
B TEiEE @ 4pis CuKa (M= 1541838 A)% %k » 4% (3 /& 40
KV 2 30mA:» 8+t £ B 5 20°~70° #F 4 & ¥ 2 5%min T i&

A

@] 3-13 X-ray 44 4 45 % (Shimadzu 6000)
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3-4-2 #4884 45 & (thermal mechanical analysis, TMA)
BB B 97T mmx 7 mmx3mmz <] o % 4oBl3-42 F
4 15 &R (TA 2940)7R] £ #.+1 ch# 8% (o)
Beirig 2 102 10 °C/min shde i F oo K F R 4o 5] 200 °C 0 #

&)
m ©

fl

VA N T
fep R

B 3-14 #4545 4 45 % (TA 2940)
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3-4-3 Bt R E R

VEERIFELZELHMESTR  BETMM E7Tmm - 3
3mm fk Bt e E EE S LR AL W XA
Bl BT WA A

AR B BB FEBE TR R R R AR M 2 At

kB B LB B RHTE S o
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3-4-4 F H 3§ + B #x 4 (scanning electron microscope,
SEM)

LB G AR TR oB3-152 RS A
(JEOL JSM-7000F)fL % % & Hr it -

Feivif® i 4ezg 7 B S 10kV s 3 2 35003000 ~5000- % 10000

B a BN L B M

B 3-15 #45 5¢ T 3 B ikt (JEOL JSM-7000F)
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3-4-5 = £ A 45 & (vector network analyzer)

2 g 3-16(a) 2. 4§ 4 37 ik (Agilent N5230 network analyzer)ip| # 2
RATY ARSI T Lo £ F T3 R0 B AITERS AT
C o R U S %Eﬁ]’@? 10MHz & 20GHz - # & 5 108dB
T R) @% Flfe-] »* 0.006 dB shguprfein - 3y 16,001 @ £ P8k o

HRERF Y X-Band 452 B TR dm0 > Hd P20
FH e MR SUERLT T G BB B AR o B R~ 6
ARALFERE I 2Z /B P RSB ET LN TN T ¥ i

BB K o ) 28T 4 5 100mm x 22.86 mmx 10.16 mm ¢ % % ]

4o 3-17(b) -

(@) (b)

B 3-16 (a) 4§ » 7 ik (Agilent N5230 network analyzer)

O)pr st RE R EE B

115



yr¥ 2¥xHiH

4-1 XRD B4 #
4-1-1 &% PTO 3£5¢ K

F1* Open Database #cz fc#t 11 2. PTO & 47 4% T H $rid )
S hof] 4-1 907 0 LR T8 PTO 45494 =% © (001) ~ (100) ~ (101) ~
(110) ~ (111) ~ (002) ~ (200) ~ (102) ~ (201) ~ (210) ~ (112) ~ (211) ~ (202) ~
(003) ~ (220) ~ (212) ~ (221) ~ (103) ~ (300) » H 20 & A& A ] 5 : 21.5°
22.8°~31.7°~32.5°~39.2°~43.7° ~ 46.7° ~ 49.8° ~ 52.0° ~ 52.5° ~ 55.5° »

57.3°~65.7°~68.0°~70.7°~72.5°> d pt P g ¢ Py T4 5 Tetragonal

12000

— PbTIO, open data base

10000 +

8000 —

6000

intensity

4000 4

2000

10 20 30 40 50 60 70 80 90
2 -theata

B 4-1 fifedcdy PbTiOs & 48 %42 XRD SEi4 Bl 3¥
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k2 PTO Set W3¥ 4o M 4-2 M99 - 7 gz 8 PTO Spifi 2 i
% 754 (001) ~ (100) ~ (101) ~ (110) ~ (111) ~ (002) ~ (200) ~ (102) ~
(201) ~ (210) ~ (112) ~ (211) ~ (202) ~ (003) ~ (220) ~ (212) ~ (221) ~

(103) ~ (300) » @ 20 & » % & HfRdchp2 PTO S H FHAR o -

i I:’I::'I'I'iOq
g

.-#'-‘:\. 7] —
5 £
W i
.-‘? | % =
W 1 _a 2
& =8 S|g = g g
—— 5“ %F-F. qi E
= ] . I ;i%ga

| wldwquwuulﬂuvlwllu Vi

10 20 30 40 50 60 70 80
2 6 (deg.)

] 4-2 < % POTIOs &5 48 554 2. XRD SEé4 Bl %

4-1-2 R % PTO # 555+ H)

F AL F it 83 2 Bl 2 PTO 9 %48 5 XRD ¢ Bl4c B
4-3 #7575 o o 2 YEbpHE (@ AT A 5] 5 (001) ~ (100) ~ (101) ~ (110) »
(111) ~ (002) ~ (200) ~ (102) ~ (201) ~ (210) ~ (112) ~ (211) ~ (202) ~ (003) ~
(220) ~ (212) ~ (221) ~ (103) ~ (300) > £ fide i b - @ H L& iz
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Ao 260 & B =3 21.96° ~ 23.34° ~ 32.14° ~ 33.02° ~ 39.76° ~
44.14°47.16°~50.34°~52.28°+52.92°~ 55,98°  57.78° ~ 65.96° ~ 68.40° ~
71.04°~73.02°> % BB E WHE AT H 2 20 & BI04 P& 21,9
23.2°~31.94° + 32.94° ~ 39.66° ~ 44.08° ~ 46.98° ~ 50.18° + 52.2° ~ 52.82° ~
55.8° ~ 57.68° ~ 65.98° ~ 68.26° ~ 70.9° ~ 72.9° » ¥ Ap # ik Hedh Se 5 )
2k Bt ik 04° Lt o

BRI B E S 4cB] 44 FERE Gy 4
0.4°2_ i # & » #4* Tetragonal = 3“3+ 5 I F Hdicdp2 & 1 ¥ 8

H o WgeT

H Y262 21.96°4c 23.34°p5 3 (001)2 (100)& » & » F i 2 38 4
Bragg ¥ &t +¥ fa=b=3.813c=4.049 » & 52 % RWH 5
58.877 » /| it Hicp 2 63.108 5 d )V EM FHREF 2 HRMHE
Py () o d YR F B2 2R R 2 AR o 3 2 A

IR E R LER TS Y VI
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intensity

5000 - S ¢ — sol - gel
T g solid state
S
o
= g
4000 - S
S
2>
o 3000 - =
[ - —
L = ~ s
= T g = 8
2000 - < 3 5 3
g =
8 ~
8ad
1000 A L
0 T T T T T T T
20 30 40 50 60 70 80

2 -theta

Bl 4-3 FiE A ik Foin gk 1 & 2 PhTiO; XRD 454 ]

12000
— PbTiO; open data base

— PbTiO, sol-gel method data

10000

8000

6000

4000

2000

10 20 30 40 50 60 70 80
2 -theata

B 4-4 F S Body o st cdy 2 PhTiO; XRD 4544 B
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4-1-3 &% NFO 354 I
Byp o2 NFO 3 & 0 7 2 SES B3 4o ) 4-5 9757 > 2 Ypid
% =% % 0 (220) ~ (311) ~ (222) ~ (400) ~ (422) ~ (511) ~ (440) > @ 260

& F P4 w5 1 30.3°~35.7°~ 37.3° ~ 43.4° ~ 53.8° ~ 57.4° ~ 63.° °

12000
—— NiFe,0, open data base

10000 -

8000 -

6000 S

intensity

4000

2000 H
0 - QL_JU . 1_J W P

10 20 30 40 50 60 70 80 90
2 -theata

B 4-5 fiktdcdy NiFeO, & 1 55420 XRD Se5 Bl 3¥
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% k2. NFO 2 SEi+ ] 3 4 ) 4-61)55n >V oERLRH YEstiE 2 (-
% 754 (220) ~ (311) ~ (222) ~ (400) ~ (422) ~ (511) ~ (440) > = 26 &

1

4 R NFO 2 % & 7 R HE4p I o

)
£)
8 =)
2 3
m — —— —
S S _ -
£ S S =
- 3
| ! | ! ] ! 1
20 30 40 50 60 70

2 Theta(degree)

B 4-6 < & NiFeoOs s 5 1.2 XRD St Fl ¥

4-1-4 F B NFO % & 355 W)

FAEF RE A E B H 2. NFO 9 5% 1k & XRD 4554 B 4 B
A4-7> % > 2R g 248 ¢ SRR 4k & 5 (220) ~ (311) ~ (222) -
(400) ~ (422) ~ (511) ~ (440) 2. Meb > > B AL F i #78l # 22 NFO H
20 & B & w3t 30.48° ~ 36.10° ~ 37.73° ~ 43.84° ~ 54.30° ~ 57.84° ~
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63.50° » 3 Wt W Aez iFH 20 & B RIA F 35 30.42° ~ 36.02° -
37.56° ~ 43.72° + 54.10° ~ 57.68° ~ 63.30° ¢ & A& %A F B2 5 58 Wk
B BHRARA G 02° B2 RP PRI AARZFHEE R EP

BARAB L 2 AR WGUEY AL PR R F AT S 2 X kst

ATRE Y A de S B 2 B iR B FI RS 53 MgRs G
BAEEE FIE A BRI HE S 3P RN 2R E-
/}‘a By ﬁ*éfk i /}%&ggrr,—,-ﬁﬁ*/j_w}ap{g
3500
- sol - gel
@ solid state
3000 -
2500 . —_—
> S
2 s T
[1)] o —_ ol W
£ 2000 - N |§ 8 N
~— (o] <
Q o
1500
1000 -
20 30 40 50 60 70 80
2 -theta

B 4-7 B F R foin B2 W 2 NiFe,04 XRD S84+ )
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4-1-4 PbTiOz-Ni(FesxMnx)Oa 2 T 4F +1 35+ W)
Fazu PTO 2 NFO R &2 S e R fFEAp F i » TV 2FT - #
WEEDFRDRAREF RS = A h 2L H -

e B EAE2 BT PTO 24 NFO Bl & ulit R Hag & 3 F

BOUIE ]2 S AT L 0 A B2 AF £ F B 5 POTIO;

i

NiFe;O,=1.1:1> A AR E2 4 & 3 B i) 5 PbTiOz @ NiFe,Oy
=120:1-FELF & 422 {6} ;‘,’F%c}(%fzﬁ % Mn % NiFe, 0475 =
NFMO & » 12 F ik 3 #0802 4p e mole v 522 PTO 48 & » ‘&%
3 ] PEiEa; % PTO-NFMO # £ = i& (7 XRD S 44 17 -

FAEF it E 2 BT AR S XRD Bl R X AL (S4B 4-8 o7
7T VBRI 5 PTO 4p I 2 4F 4% 7 ¥E5¢+°% (001)~(100)~(101)~(110)~
(111) ~ (002) ~ (200) ~ (102) ~ (201) ~ (210) ~ (112) ~ (211) ~ (202) ~ (003) ~
(220) ~ (212) ~ (221) ~ (103) ~ (300) ; # 4r Mn < % {4 2. NFMO 28 A 7
4 P AEehS NFO 4p P 2. % b 7 $E8+4 (220) ~ (311) ~ (222) ~ (400) ~
(422) ~ (511) ~ (440) - ¥ # »t ¥ 44.33°% 57.67°p% » 4 >+ PTO 2 (002)
e85 ~ NFMO 2 (400) 85424 27 PTO 2 (211) %544 ~ NFMO 2 (511)
B A RT FRAPIT G TE B F Mn2AF &R Aot B

I 6%FE § IS5 2 A o
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PbTiO, : NiFe,0,—1.1: 1.0 | — STPTIOsNIFer55Mny7:)0,

s-PbTiO;-Ni(Fe, g,Mny 60)O,
—— s-PbTiO;-Ni(Fe, g;;Mn; ,:)O,
—— sPbTiO;-Ni(Fe, ¢;Mny 43,)0,
——— s-PbTiO,;-Ni(Fe, g5:Mn; 445)0,

— s-PbTiO4-NiFe, 0,

(I FABSEs e en s

# NiFe, O

intensity

10 20 30 40 50 60 70 80 a0
2 -theta

Bl 4-8 F it & &z s-PbTiOz-Ni(Fez.xMny)O4 7 ‘v % = mole% Mn * i

2_% 7 4 1 XRD ¥4 )

BB K 2 A7 1 XRD A 45 KRR E {88 £ 4ol 4-9 Hror o
d *H PTO 2 F& 5 NFMO 2 12.0 &> ]+ # PTO 2 de444 (001)-
(100) ~ (101) ~ (110) ~ (111) ~ (002) ~ (200) ~ (102) ~ (201) ~ (210) ~ (112) ~
(211) ~ (202) ~ (003) ~ (220) ~ (212) ~ (221) ~ (103) ~ (300) ' 4% =] ¥ &7
TR AE 2L RME A NFMO 2 ¥544 (220)~(311)~(222)~ (400)~
(422) ~ (511) ~ (440) » Rl % F15 B P IR (59 B o

AL F fioid 2 % 0 > PTO (002)45+% ~ NFMO (400) 4 44
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2 PTO (211)%5+4 ~ NFMO (511) #8644 4 w3+ %) 44.3°% 57.7°p% >

FIHAT & B4R " REBEIPT EHF o @ d 375 5

\VM
(Q

PTO & NFO ¢ 5 12.0: 1> T /"]‘ e NFO 22 Mn P ig 2 2 &

b b 0 0 HEHMMEMBF L ARG R AP EBRE -

PbTi03 : NiF9204:12.0 1.0 g-PbTiO;-Ni(Fe, geMny 47:)O,
g-PbTiO;-Ni(Fe, 4,oMny 46,)O,
. —— g-PbTiO,-Ni(Fe, g;sMny ,:)0,
— g-PbTiO;-Ni(Fe, 4;,Mn; 45,)0,
** —— g-PbTiO;-Ni(Fe, g3:Mn; 44:)O,
. — g-PbTiO,-NiFe,O,
> I
z . 4 *PbTiO,
2 P L # NiFe,0,
-E e * g % ¥ *
——_— _,.-IU " b
j! \_JUVN JL, ) W
wk, |: tq " i **W
T ' I I I
10 20 50 60 70 80 %0
2 -theta

Bl 4-9 % 5% g-PbTiOs-Ni(Fez.xMny)Oy ,,9‘ 4¢ 7 & mole% Mn

b2 74T 4 1 XRD o4

Fia 2 WA 2P ST EF G ATAARE 528

“I‘IS\‘*\

o RmBRET > R MR F FH K R

DMt R ARE H AR ARP B I % o kR Bragg T ¢
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nA = 2dsin0

¥ STl s b2 XM 2 H AR R TT RE
A oG MEra d ENEHEL EE e B LR BHE TF L
B FESE L 0 2 RAF IR L St E LR A Hf R 5
AT fEhPE 2 B Ao @i ¢ R F T 5 45 0 0 ol M FeStap S

L= (64.5 pm) 7 k2. MnZ* 33 (67 pm) o
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4-2 PbTiOs-Ni(FexMny)Og 2. & #9E v b & 45
4-2-1 Fis F Bz W # 2 NFO -~ PTO 2 #% % 4 ¥k

"UERE R i G NFO 4t o d 3% NFO 2 483 R o8 >
R BHEAE R B F 0 T ¢ R R 02 400°C % 2hro
{242 R IR 1200CH F 3hr 2 p R4 Frid 5P M BT
7mm X 7mm X 3mm I EH & G T RFITT @ AR L 47 R K
T H LR ey ATR 2L TIEE L 7.6 ppm/T o

bt B F i WA D PTO BT M > e Flsa e e 4
R 2 HEE 490°C T 2 AR GBI B iE-16.2ppm/CHT & A
To BEPEErdE 5 5.5 ppm/C2 It # AR H#I91» b 712 3¢ & PTO 20

FUEAFFIRGTRES 2 xa AL HR TP BRI E A

stk

FHREE 2 2C/min 2o Fd %8 & Bhr 2 600°C » *» 600°C
B 2hr B-PVA A% Z % 62 & 3hr 2 & %8 & 1000°C & 2§ 3hr
{6 p AR EI PTO 2 H4t > (8 5/ M E 1 7mm X 7mm X 3mm

—

TEE AR D RFE R B RA TR KRE H FOUE Gl T

5

z. T o L -12.1 ppm/TC -
T a B R TV RIS R T BT G B

VR FEVBBEASBT LA ENE
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4-2-2 AlF B2 WA 2 BT HEFEBERLS

B A7 E #p| £ 2 PbTiOs-NiFe,04 1t ] % PbTiOs: NiFe;0,4=0.48:
1 B ptsh e gez PTO #085% 1 #c-16.2 ppm/C Wigeyperp ¥
£ i8¢0 NFO #9258 4 7.6 ppm/C fat 648 & > 38 i # PTO @ NFO
=048 :1PFEF RAWE - d 4P N F PTO~% » 2L
AESE R REERE S B2 5 F IR R 2 2RI
Bg* 2 PTO - R A BERAMNEA § 3R XAV iy A
PTO 4 NFO “#2:8 & 4 % 5 1000°C 2 1200C » [§3*- 5 14 # s
BAETL1136C > Flpr H A giE2 L o d 285 5hr 2 600C » I
% 600°C %% 2hr» £ & 3hr 258 & 1136°C ¥ a9 3hr s p &A%

|« B A

P 73 PTO- NFO@&/’?’E’H ﬁiﬂ}ﬁ*ib&%z-—f%gﬁ_iﬁ

ps

3
RS TR RIE 0 TE 2 FOPE B s 6.96 ppm/TC -

d2 6.96ppm/C2 By FER Y 2 FRIEF N3F S FILE M-p
£ g iplz. PTO #0985k (2 #c-12.1 ppm/°C 22 £ il 2. NFO #985E % #c 7.6
ppm/ C ittt Bt 2 B > F S BS3E 3 X R @ 5 PbTiO; ¢
NiFe;04 =063 : 1/ ¢ 5 E&IE - S > RFZ A2 N 7 PTOH
Ao FIp AR ELEEF R TRRA S T2 b RER L EER
52 1123C > ¥ REY 4470 H £08k (e s 5.08 ppm/C - R H £
WIEM R T FIPTO 2 2 £ 43 m M TRFFEFHHERDL 2
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it B 2FERE? 2 FRAWEGE QFEFT - H2 A ikd
~ % Mn ¥ o

Bl 4-10 % F]AL & B2 @ PTO 2 NFO & & 7 Fr4f &L 6] T 22 0
VE fafic2 B 4B 2 A w2 PbTiOs/NiFe,04 & 5 :0.48+0.63+0.77 ~
1.00~1.07~Fc 1.41 > @ #8E k #cP] A %) 5 16.96+5.08~3.42+0.83~
0.12~ 2 -3.75ppm/C » i P& B e fe RAR$ s x 3+ B 8 S se jF 18 18 )
23 y=—11.507x+12.382 > R? &8 i 0.9995 5 d pt 2o\ dy & &
»O0feTedad o FiF 2 WK 2 FAWRETA M PTONFO

=11:1-

y =-11.507x + 12.382
R? = 0.9995

Thermal expansion coefficient (ppm/°C)

'6 T T T T T
04 06 0.8 1.0 1.2 1.4 16

PbTiO, /NiFe, O, molar ratio

B 4-10 H it F &z 2 27433 I POTIO; INiFe,O4 vt BT 22 44

R Th 2 B TR
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4-2-3 A% E% 2% ¥ NFO -~ PTO 2 #%5% ik

AR EEE NFO etit - d Wl F A F B2FTa
B AT P RS A RN T R w2 R
EiE s hd 2R3 400CY 2hr s 2L 2EEE R 12000 S
3hr £ p R4S SR AELI PR ST B RE TR
AL 4T R B H AODE Gk #riE 2 T 5 8.6 ppm/TC -

AR AR PTOMT A REHEF iz Wil
2R AR EIERI I AR AR RS NERES R
FHEApRZ EES PG R EUE & x2 PTO 4 %8 %5 5hr
600°C » ¥ %> 600°C =% 2hr £ 5 3hr 28 2 &% % & 1000°C = 7 3hr
P MRIEREN PTO Budt > DA BT RIE 432 L6 kifipd
FOUE Gl o PR 1F 2 T 3@ L -4.4 ppm/TC -

2ot B i AP B IR B 2 T IROU R it B 47 £ PTO-

NFMO £ #9598 2_ 1t i -
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4-2-4 A BB UR BT EFEREERLS 7

d A3 R EAaRerp 2 PTO f #098% G#icie-4.4 ppm/C
LSEAEF R %2 PTO -12.1 ppm/°Ch 1/3 5 ® 73 % s 8l 4 2
NFO # %% % 8 8.6 ppm/C7 § I B ik & iz “THl i 22 NFO #8%
8 7.6 ppm/C o Fletp ALY REHRIE B 5 PbTIOs @ NiFeO 4 =
A1 6 HA > BFHRFAFEF P N Z PTO ~ % > Tt 2R i 2 45

R R 2 A B - RS

Wi

BRRHZ

li“b

ER O G A R
WP AFEL Y PTONFO=4:1> a3 E A&~ % 5 1000°C 2 1200

N < T
A 0L TN

Cr#+ER7EIERERL 1040C A BAREETL 04

stk

S5hr 2 600°C & iz § 2hr> £ 4§ 3hr 2 %8 & 1040C & i F 3hr 1 >

EIP}%E\'“T% "“fwz?]ﬁ’?”é— ”El“ﬁit’ ”Ll‘;—:\ lﬁ_;

fl

BT
3.45 ppm/C -

ERERF REAEZ S% #FHR B PTO 2 7 £ #a & HHF4x48
SR 2B 0 B3 b 4 3 PDTIOs : NiFe04=13 1 1 pFg = 130
FEAION R HOPIEZ B 5-0.80 ppm/C o I ML FHF R HODE
2 B o

Bl 4-11 % 3 %594 ¢ PTO 22 NFO i & 7 Fedf & 1t 6] T 22 £
Ve a2 BB T:B) 0 2 PbTIO3 /INiFe,O 42 E 4~ %5 1 4.0~6.0~10.0 ~
120~ 4-13.0 > @ # 0 L fp| A B 5 0 3.45+293~1.47-~-0.03~ v
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-0.89 ppm/°C - 1245t B ARSI B H A

2

—0.4745x 4+ 5.6512 > R & p| 5 0.9549 > #-pt 2382 yig (2 ~ 0§ ¥

e

o2

BHE D ARG 2 FRAYERT M PTO:NFO=120:1-

o

N

5

o

H

&

= 37 y = -0.4702x + 5.6163

= R’ = 0.9595

=

g 2]

= (]

=]

-a 1 -

=

]

[="

bl

S o

=

2

¥

= -1

2 ¢

'2 1 I 1 I I
2 4 6 8 10 12 14
PbTiO, /NiFe,O, molar ratio

Bl 4-11 2 "2 22 27 4517 % B PbTiO3 INiFe,O4 vt 15 7T 22 44

R Th B2 B TR
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4-2-5 F b fe 2% Mn B2 B TAFHERIRL 7

- REmHFN WY RETBTEEEM L B
d Ap fe 2R E R 3 RIS AT B 204 H0 MRS M B D 7Tmm X
7mm X 3mmz kF A H o [T @ BB RAFHE R AYE
Thdc o ot 3R p%&p,J $ = 72% Mn> NFO ¢ » F A wu b

EIFEF BZE PTOINFO=11:1 % ;3 %% ;2 PTO:NFO=12.0:

105 % 20 F FOEE 1 G4F & Fﬁ@giﬂﬁﬁﬁ,jwﬂﬁﬁnk
E B2 Mn {8 ¥HEEIR 2 3,‘:‘13 °

4o B 4-14 #157 »; Jﬁ%?:: g~ % Mn {0 ¥

=

LF it 2 BOPE

=\

AECIT P Rt D 1.5 mole%rdg TiE F) 0 3.39 ppm/C o
EE%@hiBDmmwm%MEéu%ESBYWWt’é&c?45mmw@1
Mn P H e B e 1 I ' erIR % )i 2.86 ppm/C 0 X & 7.5

mole%p# 5 3 7 2.57 ppm/C -

A3

\yﬁ

N

S =) SER LR ’b“mﬁ,uamzi“O,L-O?ppm/C moad 0

P RAEZEHRT %*ﬂMmJ rg 2 18 15-3.0~45-6.0~ % 7.5mole%

> B2 AR ki h 1 -0.14 - -0.12 ~ -0.19 ~ -0.35 ~ % -0.69 ppm/C -
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6 - —o— solid state
—a— 50| - gel

Thermal expansion coefficient (ppm/°C)

0.0% 1.5% 3.0% 4.5% 6.0% 7.5%

mole% Mn

Bl 4-12 B 7 45 H,,] 4e 2 B mole% Mn P22 £k a2, M %

Mn e B2 B LR § a2 5o FEPT AR Rt 4r g 2

NFO ** Glgie > o * B fi 7 iz 2 PTOINFO 5 11:15 @ 3

%«M

922 PTO:NFO=12.0:1+¢ > H NFO 2 i* G{& 14 » F]gt i

=k Fé*ﬁﬁwiz]wcﬁ:ﬂ WGlAp e S B HARF B2 MNE SRS

\\\

WAL Fa A2 REFLPE

3 M i e B g A 2 NFO 2 #0898 i > bt w3t

MR TR g 2%9‘3 B8 ’Fﬁ’ %UH; VEtadco d B 4-13 F ﬁg | A

3
‘Lﬂ
[
|

SRS SRR RVIES ¥ O RE S L LA S
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z@é@%é,Mn@4w“M%PWMO*”&%”,%éﬁ”ﬁnﬁﬂf~@
BHEAFaPERF > LML BET LS - LR PREF b
B % 2 BT AR HEOEE Gz F1E 4] Mn S de 0 d 0 Mn 2
FEIE e s 23ppm/°C 0 @ 2 AUER B 5 12.2ppm/°C 0 F
B OMn 2Bl pldx g pF o> HAUER Gl ARG o
ARBERE T G 0 BEF M0 2R FAeh B AR o A RRIEL
Foap22 ek 8430 AsEg S 2 Mn; 7% 4e v b2 NFMO
PR AR FETHEMBE TP EFIMN 2 H 4o d B 4o o o 4-

13 REHNSHF PN A4 55K > Fla % KE #EE2 Gl T

\\\

Mn i ¢ i % NFO chEp ik Sty - = > » #2317 R
Bz WA AR v A Flm L K2 SR Gl T b
B b2 PTO 4F & Pkt f #00R 2 i vr | § 30 MO0 R HOP0E 2

1

0.0 mole% 1.5 mole% 3.0 mole%

4.5 mole% 6.0 mole% 7.5 mole%

] 4-13 sol-gel ;= e mole% Mn >t NFO ' g1 2_ 34 48
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4-3 H R RE

H-FI R i B AR R R e R 2 A R MG At B2 AT
FI*FR AR EZREERERR - HLF BEY o RIEAF M
2 BT B R 55260 A EFME 4B d 15-30-45-60 275
moleY%os 4¢ » # F % % A A u] 55.27-5.21-5.01~4.82~ fr4.51 glcm3 -
@i RS 2 4 e84 00-15-3.0+45-6.0 17.5mole%s
oo PIEF B AR A B 54.2244.964.894.70~4.63 ~ §r4.58 g/cm?® ;
¢ M se £ 5 7.5mole%rs Bl & fgi 2 F R ® AR K KT %

FRE o Ao Bl4-14975F o

—8— g5plid state
—eo— 50| - gel

Density (g/cms)

2 T T T T T T
0.0% 1.5% 3.0% 4.5% 6.0% 7.5%

mole% Mn

B 4-14 PHTiOs-Ni(FerxMn)Oa 5 T 45 H 2. Mn 7t 40t 229 = 2 &

fé 7 5]
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ERZFRERAL LR AEBB R E 2 Ap% 7 F14p %
% & > PTOZNFMOK. + 2 324 % & 3+ 5 @ A4 H9Tr > 7 AP %

Z_ 2 q,\*-li\f"r .

l
H1

TR
—x 100%
‘41 }i

\\E ml

%$ a&

J #PTOZNFMOZ & A1 244 B » ¥ p 2~ %~ § B FH L
BHE w2 Rt D HRBRRS 7 F

B14-15 5 PTO2 NFMO4§ & {6 & FpieR FAVGEEAETR
2 BB BAEF REERENEEE A% S Mnz PTO-NFMO
i %1096 C £ 1015 C %+ F 3 FF -4 ¥ % & 5 77.46%~54.39%

R R b o S E R N2 AT AR R R A A R H

AHEEF BT o HPpHDREE S T Mn;‘;']t%n e ) 5 0 mole%z.
BTAEH o B 5 T77.46% 0 B (55 FMNObeL G 4o @ YRR 0 2 B A
B 5 T77.72% ~ 76.73% ~ 73.83% ~ 71.09% > & T Mn;‘ij: sv T 7.5%FF H i
F iz 3 % B K aip % & 66.44% -

BB ER R ZAFH IS 0 AT aF feMn & R G B Ap ¥R R &)

2 pE o 3 BA39% A 4 £ A B 3 63.94% > 15 %
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FOREGEMRBRT % A % 563.01% ~ 60.50% ~ 59.67% 0 B £ 7.5 mole%;f]:
So bt B pF R R 2 4p 4 R 59.02% o

BWAGF MBS R LB BRBECUR N DPEHRE R AR LA
HHAEFFLA AFH Y S B g4 w5 4.22g/cm*2 0.54 5 3+ 4]
AN S EET TP ER TN EEAGRR S I RS B AR E R
g Pl 2 Hol 2 B A S REE G RS LA BRI B
MR B S S HRATH2Z AR M icl - B2 FETRENHS
BF AR AEF iz Mg f 5 15mole%r AT AFH Y 0 4 WG

5.27 glcm®4r77.46

1.0
—e— solid state
—a— 50| - gel
°%7 ® \
z
.% 06 4 /\‘; —— —
a
%]
2
[
= 041
~
0.2 1
00 T T T 1 L] T

0.0% 1.5% 3.0% 4.5% 6.0% 7.5%

mole% Mn

@] 4-15 PbTiOs-Ni(FeaxMn x)Os B & 48 122 Mn i 4e vt Gl &2 dp ¥ &

fé 7% 5]

138



4-4 %76 MBH
B R XRD PEA0F7 B2 i Aid 3 H RAe ko6 AR R 3
BB o TR RH RT3 T S B st SEM LR
B2 MR
4-4-1 BiEF B2 8 & 2 s-PbTiOs-Ni(Fe2-xMnx)O4 EDS £ ip]
B 416 ¢ 7 2> 4% EDS A7 F Bt W& 2 s-PbTiOs-
NiFe,Os R A PrET Hin+ 2 B4 42 23588 5 NFO &k

@ B 4-17 P ¥ LR T IF] L ST s PTO o

T0pm o Elacmn:mauet

Element  Weight%  Atomic%

OK 3.59 11.88
FeK 26.70 2530
NiK 69.71 62.82

Totals 100.00

ull Scale 255 cfs Cursor: 0.000

B 4-16 FH i~ iz Wi 2 s-PbTiOs-NiFe,OsZ 7 AF H &2 H < Hik 2

“h g R
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150kv  X3,000

Tum~ WD 95mm

p :
\ N\
Electron Image 1
Element  Weight®s  Atomic%
OK 1044 4214
TiK 28.88 3894
Pb M 60.68

18.92
Totals 100.00

ni(Fe2 M) O, B 7 4 H 7 %

' 4o @) 4-18 #7m > F A iz Wi 2 s-PbTiOs.
ek BlIE Ni~-Fe~2 0z ~% >
s RIMAE S~ F Mn2 gt g 2o

T

_—

7 NiFGzO4‘;F§£?/3\’ﬁ Mn z_ =
w255 NFMO - @ ] 4-19 ¢ EDS #rip|##2 ~ %3 Pb~Ti~ %2 O 2
ko B B AR Mn B - 5o g R AR G
PTO—iBBB*i°
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Tum Elgctron image 1

Element  Weight%  Atomic%

OK 11.29 31.15
MnK 261 210
FeK 52.54 4153
NiK 33.56 2523
tmsemmsmcm: 0000 ’ Totals 100.00

Bl 4-18 FE i 7 fuiz Tl # 2 s-PbTiOs-Ni(FesxMn)Os 2 T 4F H1 2. * 5

e |
Tiem Electron Image 1

Element  Weight%  Atomic%

OK 15.67 5858

TK 17.79 2222
Pb M 66.54 19.21
Totals 100.00

2 4 B 8 10 12
ull Scale 215 ety Cursor, U000

@ 4-19 r_g] ,@ K }f&,é‘- ﬁl f’ﬁ Z_ S-PbTiO3-Ni(Fez-anx)O4@ ?_, Z’E “HL ’J‘ o

g3 5B b(x = 0.03)
141



4-4-2 A% %% W% 2 g-PbTiOs-Ni(Fe2xMny)O4 EDS £
iR

Y- 20 R AMHEZ BTN Y P A
FEAnS fE S f 0 e X R F AR > 12 EDS A 4514 0 4o 4-20

Ao o FREEIR S 2 A H 5 NFO &k @ | ks PTO o

il

L =% 2
T0m Ebectron Image 1

Element  Weight%  Atomic%

OK 865 2520
FeK 5749 4795
NiK 3386 26.86
- : ; . Totals 100.00
{0 2 4 B a8 10 12
Full Scale 215 cts Curgor: 0,000

B 4-20 A" 5% W 2. g-PbTiOs-NiFe,Os T AF H 22 H + B

L A% F R
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' Electron Image 1

Element  Weight%  Atomic%

oK 16.56 4771

TiK 4562 43 88
Pb M 37.82 841
Totals 100.00

ull Scale 2144 cts Cursor, 0.000

Bl 4-21 i3 %F50% 2 WK 2 g-POTIOs-NiFeO04 2 R AF 82 2 ] fo 2

d B 4-22 #7157 > %’:‘;‘;‘j: Sefie® o % Mn s 0 3% s-PbTiOs-
B0z A% NAXIEZ B%ﬁ-’f_tti,j:%c Mn 14 5 % NFMO 2z $.4f - &

B 4-23 EDS fogr » H 3 2 [ 3F#eps> 4 3 FPbTiv2 Oz <%

FROLRE2 fakiv 5 PTO #3# -
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-
20pm ' Electron Inage 1

Element  Weight%  Atomic%

oK 2227 5018
MnK 321 it
FeK 62.02 40.04
NiK 12.50 768
FLIIScele;)‘zﬂs Cu:a: 0.000 i i i 7 Totals 100.00

B 4-22 3 952 6l % 2 g-PbTiOs-Ni(FeoxMn)Os 2 T 48 H 2. < %

g3 5 B b(x = 0.03)

20pm Electron image 1

Element  Weight%  Atomic%

OK 945 31.77

TiK 51.80 58.17
PbM 38.76 10.06
Totals 100.00

Full Scale 222 cts Cursor: 0,000

B 4-23 3 v Wi 2. g-PhTiOs-Ni(Fe.xMny )04 2 T 45 1 2 7] &

g3 5B b(x = 0.03)
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4-4-3 F iy F iz W # 2 s-PbTiOsz-Ni(Fe2-xMnyx)Os SEM %7

Gl io HH Jo s T AR ST T kS SEM R

Ll f}l]

2 B 424 3 ALF Bt K2 bR D

Mn 2 %47 H ¢ 5 SEM e » 3 12 5 5 200 7 -

T F 2 W E 2R A M 200 8T > FHFRT R e 2

v ’I/":%rﬂﬁ%ﬁ'j;ﬂ%ﬁ—%ﬁvbﬁ*ﬁ E“ﬁjh’/}in’&“m%’%?
WA 3T R nifAe? PP FRE A RRE R T HE e
BLEHET - LORBRRE L FwBET 7 Eg T G il

LARERAKNILARARZ LR A

PECIN oy
ETML/}F LR =
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1 15.0kV ]

(a) s-PbTi 03- Ni Fe204 (b) s-PbTi 03- N i(Fel_gg5M no,015) 04

I 150KV X

(C) s-PbTi Os-N i (Fel_gmM n0_030)04

1 15.0kV K00 100pum WD 10,0

(d) s-PbTi O3-N i(Fe1_955M no,o45) Oy

I 10.0KY KA

(e) s-PbTi Os-N i (Fel_g4oM n0_060)04

| 10.0kY 200 100pum WD 10,1

(f) s-PbTi 03- Ni (F61_925M no_o75) 04

B 4-24 B F it 43 b 500 5l M5t 2 4 Y 2 SEM i

BHEE > e B %5 200 8
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A F ir WH 2 TAF > 3000 B o def] 4-25 6T FRLE
|t s-PbTiOs-NiFex04 ¥ » # 3% + o2 NFO 2 /| f 2. PTO %

P RS AATARRER G 2320 @ L_F'Wrzj 4v Mn pF R & B 7 v 2

/\

1“‘\5

AR 0 F EFAARARARE Y < SR NFMO B4 DI & A5k 2
%% -8 I Mn 2 e £ 7:£ 6.0 mole% 2. s-PbTiO3-Ni(Fe1.940Mno.060)O4
B G sl oA drdds g a0 EFIMN 2 4o B H MR 2
FHBo fe g H x4 £ 33 7.5mole%r > fr F < K F NFMO &
ARG TR R 3R A F S B F R s-PDTIOs-

Ni(Fe1.040Mno.060)Os = # 32 o
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CHE SEl 150KV X3,000 Tum WD 10.0m

(b) s-PbTi 03- N i(Fel_gg5M no,015) 04

SEl 150Ky ] Tum

(a) S-PbTiO3-N i Fe,O4

CHE SEl 15,0k Tum WD 10.0n

(d) s-PbTi O3-N i(Fe1_955M no,o45) Oy

CHE SEl 150KV X3,000 Tum WD 10,04

(C) s-PbTi 03- Ni (Fel_gmM n0_030)04

CHE SEl 100KV X3,000 Tum WD 10.1m

(f) s-PbTi 03- Ni (F61_925M no_o75) 04

Tum

(e) s-PbTi Os-N i (Fe1_94OM n0_060)04

WD 10 1m

Bl 4-25 BB F Fik i te 2 I 5 200 5 Mn 20 LA 1 ¢ 2 SEM i
BHEB o 3 B 55 3000 B
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®14-26 5 FjL & i 4 3 I mole% Mn *tgA T4 1 ¢ 2 10000
%7 SEM Hcg Wl o 20t Y T L Ao BRE DN S0 M HE S g

2o NFMO A k2 B8 g Hd RIFE L4 &2 ko
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CHE SEI 150KV 10,000

(b) s-PbTi Os-N i(Fe1_985M no,015) Oy

CHE SEl 150KV X10,000 Tum WD 10,0y

(C) s-PbTi 03- Ni (Fel_gmM n0_030)04

CHE SEI 150KV X10,000

(d) s-PbTi O3-N i(Fe1_955M no,o45) Oy

CHE SEI 100KV X10,000 Tum WD 101

(e) s-PbTi Os-N i (Fe1_94OM n0_060)04

CHE SEl 100KV X10,000 Tum WD 101

(f) s-PbTi 03- Ni (F61,925M no_o75) 04

B 4-26 B F ik e e B R0 6 Mn B LA H Y 2 SEM ik
BHEE > k% B 5 10000
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4-4-4 79952 5 & 2. g-PbTiOs-Ni(FezMny)Os SEM #5

R

e

)ﬂ

A 2 BT A H2 200 2 SEM BlE T 0 A sk

N

\»

V¥

BRI TR A 2

o

WH 2 BRTAT SR 2 A2
g-PbTiOs-NiFe,O4 ¥ { 5 ¥ &8 » 4o [B] 4-27 #1oF o B “18 & 2 47 434 iF
5T AR ARA D TR NSRBI ML B AT E A 2 5
P RLE R R Ed R A -8 % 2 PTO : NFO=121:

13+ PTO2 5 B b{xF » @ PTO A &30 215§ Fimipss

2 R G id AR £ (S AT Aot Rt A F o
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Ct SEl 15,06V 200 100

(b) g-PbTI 03- Ni (Fe1_985M n0_015)04

(d) g-PbTI 03- Ni (Fel_g55|\/| n0_045)04

CHE SEl Ll > 100pm

(C) g-PbTI 03- Ni (F81_970M n0_030) 04

(e) g-PbTI 03- Ni (F81_940M no_os()) 04

Ch 5.0k

(f) g-PbTI 03- Ni (Fel_925|\/| n0_075)04

B 4-27 7

o
N2

% éi’%iéifj:%tl 3 Bt ) Mn 327 48 ¢ 2. SEM jic

BEW et R 5 200 B
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Y
% ¥

i 8% 2 BT AF 1103000 & SEM B ¥ - it iF # %

\
m

e R0 ) MN S £ Y B TR AR R

mH ¢ PR LL 7o up G 3.0mole% 4.5 mole%fr 6.0 mole%z. Mn

RS

£
5

MR A~F AR R FEREN S < Sz NFMO 22 Mn e £
ifgﬁﬂi"ﬁ fm L 3%‘3}&1*@%" 94«,«;&% e H L g M [30],fg‘+,j>iea’4t_§_ 75

mole%pF H < fufffs + o] Frx 3 < > 4o 4-28 #7157 o
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ik

(e) g-PbTiO:;-Ni(F91_940Mn0,060)O4

v WD 10,1

(f) g-PbTI 03- Ni (Fe1_925M n0_075)04

R 4-28 3 2 7 4rF R B G MN BT AEH P 2 SEM M
SRR A B 55 3000 &
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AR 2 BT 4F 2 10000 & SEM B¢ T RLERT| » 4F
¥ Mnmole% 3 4 » NFMO sfi+ ] & A5k 4 5 £ 2297 % > %
H % g-PbTiOz-Ni(Fe1.00Mnoos0)Os ® 7 F T 352 ot~ -] frfk £ 2

Ak o Ao Bl 4-29 Fror o
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CHE SEI 150KV ¥10,000

(C) g-PbTiO:;-Ni(Fellg7oMno,o30)O4

CHE SEl 150KV ¥10,000

(d) g-PbTI 03- Ni (Fe1,955 M n0_045)04

CHE SEI 150KV 10,000 CHE SEI 150KV X10,000 Tum WD 10,1

(e) g-PbTI 03- Ni (Fe1,g4oM no,oso) 04 (f) g-PbTI 03- Ni (Fel_925M n0_075)04
B 4-20 73 WA i 4o e KR 0L 6] Mn S EAR AT H ¢ 2 SEM f

BHEE > %% B % 5 10000
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o Image J 3 E HiEF RE R

:\zt

/J‘ b

# 122 NFO 2 s 5 6.1140.28 um > * >YFis &+ i 2

um > A PTO B4 %] % 1.3140.10 £ 1.2840.11 pm » f2i% +

=~ 2. NFMO s jg B

SFxArd 41977 o R 7

N

6.11+0.28 um -

%41 7 # > %2 POTIO-Ni(FerMn)Os i T 48 H T sk i

Mn 2 2T AE# 16 » & 2
iz W & 2. Ni(Fe194Mnges)O4 ¥

VIR A B B 2

%= & MnpFo AR

-~

B;\/f{n %‘1% —Lz@?ﬂ?f'g#j‘lj’gﬁlji_k

L SERL |
5.824+0.73

J R i

NFMO iz 1 7.
H & 5 4.45+0.43pum > @ E

NiFe,O, » # & %

Mn 7 4 B i 73 R
Ni(FesxMn)Os]  PbTiO; | Ni(FesxMny)Os|  PBTIO;

EEEP e m) | b e m) | g m) | e (um)
0 5824073 | 1.3140.10 | 6.11+0.28 | 1.28+0.11
0.015 5364064 | 1.3640.19 | 519+0.42 | 1.36+0.09
0.030 4964052 | 1464014 | 4864041 | 1.41+0.02
0.045 4664047 | 1414009 | 4.95+0.44 | 1.41+0.15
0.060 445+043 | 1304007 | 4554048 | 1.31+0.15
0.075 523+0.86 | 1424025 | 491+0.56 | 1.36+0.19
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A 41 FAHEF BEE BB EE D2 PbTiOs-Ni(Fe,.

N

o

«Mn)Os i 4 7 - Mnmole%ost i 82 3240 (= B (% » 4- ] 4-30 -] 4-
31 -

FfF iz W H 2 s-PbTiOs-Ni(Fez Mn,)Os 22 % A7 1 &7 4 Mn
fsE % Bz NFMO 7 P B2 ks ™ "2 485 B0 e jm g ) diapat
Mn 7 e 5 6.0mole%rFz HiL F RBiEorEl G A 0 HE G
4454043 um ® + ] = <} 393 ¥ sta » B 34 23 7.5mole %
P L P High 52340860 LR AR ESELST D
%E@Zﬂ%%%*&ﬁ@&é%%ﬂ—ﬁmo

% B FR i AT QLA 0 s-PDTiOs-Ni(Fez,Mny)O, £ T 47 1 2. Mn i3
budt b g T o o B el 431 B AR S Mn R E G B Aois
6.1140.28 um > & § Mn 2 7 4e £ 3 4 pF - NFMO s 5 ¥ 5] o0
%% 8 F] Mn e £ 5 6.0mole%pF H 3 S| st 4.55+0.48 um>

£ 5 7.5 mole %pF NFMO 2 /=

AR F LR AR 0 e Mn e

B Z A2 G A I o
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Particle size (um)

—e&— big size
—e— small size

0.0%

1.5% 3.0% 4.5% 6.0% 7.5%

mole% Mn

] 4-30 s-PbTiOs-Ni(Fe,Mn)Ou & & 4 1 2 M 7 e v+ ] 82 T s

Particle size (um)

8
—e— big size
—eo— small size

6 _

4 4

2 _

O T T T T T T

0.0% 15% 30% 4.5% 6.0% 7.5%
mole% Mn

] 4-31 g-PDTIOsNi(Feo,Mn,)Ou s & 45 H 2 MN 7 e 04 ] 82 T s

P 7 )
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45 BRALT A4

Y ER T REE LRSS

W

Sl HRAETE

5
8

( .

20mm X 4mm X 1.5mmz_ £ ERE T4+ > MR AKE 3

\w:;

i PRI
F B3 20mm X lmm X Immié » @ 7>t s T RPIEEBE T 2

s ~-,‘ﬁ_.

4-5-1 KR T A

P IR K JRipY M T0GHZ s & FF Q 5 1899 2 ik i T

Hoor BB 2 A MY R RVEN T Hbo T B R e B RS WG

=72 ¢ PDTiOs-Ni(Fe:xMnx)Os B2 T A4F 12 47 8 /i & % B 3% ¢ "2 4f
BATFEmNe" > T3-E M2 4442 (dielectric loss) °
B 4.29 5 H i~ RE A H 2 s-PbTiOs-Ni(Fe,xMny)Oy £7 74 ¥ 53 %%
% 8% 2. g-PbTiOs-Ni(FerxMny)Os 2 T 48 #3t 7.0GHz & 4/ & ¥ vt

PR -

FliF EE P o AoB] 4-29 AR AP E UBF IR A AR 7

t Mg

"‘*% Mn EE': ’ ;,H— ﬁ?#ﬁifiﬁ 13.48 > =@ ft‘fl;—v"’,\ﬂ‘ét Mn s > B 1.5

mole% R 4~ 3 + 2 2 g % H & 5 1545 @ {5 & @J;‘,’J&ﬁi 3.0 mole%

fr 4.5 mole%pF 3 ¥ 4 % & 15.86 4~ 16.18 2. & > & % 6.0 moleY%p* k-
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FATHIARF B2 b E 11170 B PGB 3G 2 75
mole%opE -~ N & B 2. 4 T ¥ # 18.28 -
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