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1. WEEMEE B L Rk

1.1 @& L &I

H61FE 4 B o 3 3 A>T, B10H%E
Th—=T1 (=47 WV Th - FRYDL] &
W I — 7% TBa,Na,Nb,,Os (BNN), KU
FOBEMEICOWTHEEE B 2o,

BNNBBSLEWE L L (EEICERRYE
TH5HH, TORETREGZHEEESTEIC W
Fosbic, HbEs L T TOFEIHENL T
oo DED, MEEEMAEEBRE (580°C) TR
DT OEEBEROBETEHNA->TL &
WESILEES, kU, EERE L ToHEED,
SRR B LN T w5,

AgEIC B WTIE, 2D L3 2BNNOE-T
WABENBEES EHT DI, BROZ L
BNNHEFERZOBEFRE THM L, BElY
Na= 7 LERREFEEN S, BNNERED Y >~
TAT vevnry AEEE b OWHE, BNRN (Ba,
NaRNb,,Os, R ; HHIEETTE) 2BV, Zh o
B AGARE CEREE B ERT 5 L S BEE s
BB X wEEEFF L T, BNN-BNRN
R EE AR O OBk AR E(L OB A &
BFEEL, RICZOBRE»SEAT ZHETES
BEL, EERBTRO O OESEERE & o,
HOBERERICEIN Uiz, &7, BRICEIDN
L 72 BE&DOSHG (second harmonic genera-
tion) OFFEEITo72, B, ZOWFREBL T
BNN-BNRN (R ; La, Nd, V) %E5 3 v 273
INSDXBC L DHEEDOHREITo 1R, &
RGBS W CEERIRETH 5 Z L 2HE» ®,
ZNSOROVMEOHFEREOWMR EITo72, %
7z, INSDOHEBEEEICE > T, B> TH
R DI ERRB LU, £, HKICBIUE
BRI ZEHICLT, BNNEBEOEFR 254 %
DOHEDOWFEEIT > 12,

1.2 MFREHME

BEICHERSN TV R EOMEZLITICRT,
(OBNN-BNRNR D BFEBHHERIC BT 5 4

MEZALOIFSE  BNN@ R L 72 & 5 iEFHER
FEBRECB VT, RELBBEELDOIHEA
BET L, TDEIRREAFWMOERL ez, &
FEMER THREE(EDO 2 WREOYEBNRN
EMZ72%, 2%, BNN-BNRNZEAEDHE
R T 2 HREE(COMR R BN iTic & -
TAT o7z, ERICH - 7298 1 BNN-BNLaN,
BNN-BNGNT, ¥ BNLaN, RU'BNGN
EHEPL T EEEELEZSE 2D, D
WBIHES 2 Z LR e mice o7z,

@CziElz & 2 BNNEEROBR ;

Bk U7z & 512, BNNZERIEE # 8B T 5
RBRAPETLIONREEENTWVEN, ZTOK
REBRLT, ZOMEOEERIESI&HTZ
EDREWMROBNTH 5, KRR WTIE, 54
FEFEER RO T EELHREL SR S
2WBNRN (R A HEETR) LOEBER»SD
BERER EIT > 7o, EBICHERICEII L7
DOFESEIZBNN-BNLaN, BNN-BNGAN, BNN-
BNNANOHEE» S EFR LIz DDT, WIhdb B
HDew REZBEEPE S Iz,

@BNN % ##E5 O SHGEHE D 3T

BNN, BNGdN, BNLaN, BNNJN & 8
D a, bEAAEOSHGEM 2 8IE LT, BIE X
YAG ; Nd v —¥ (continuous wave, 1.06um,
~25W) W, QAL v FENIT, NT—%
BIEL TN D Tz, BIEDRERA A F4 X
Y w2 OBNNIZEER, 9 2 FREEEA
7ZBNNIZBH & 5 SHGO B HEIRIZ A & < 2 5
R oT,
@BNN-BNRN D X #REHT I & % #iE DO #F5E,
FEEMEOME, B & OFEREEOPZE,
BNNEBNRNZ LY F o 228 — L ¥ 2EESR
EBNRN (R ; #HEETHR) L EERFHEKHT
BEC LATAL D EEMED L VEEIRIC R B T L5
Mot AFERICHWTIE, ITheOWEDXE
EiTiC & 2SO, FERMEOWSE, KU
R EOREEIT > 12,
®BNN#EEEDHSE

—1—



ERMBENIRRISEREE BeTE

EAEDOBNNER 2 ER T 2 mYIOBREE L A)
T, EEEEL T TN T 7 A EE%SI0,/Si v FEWEE AR EZE BZR614E 4 H~YE 3
T N— X FEEAEY D A BWCERT B Z B F£3H)
Utz rf-28y %) > 7 %A L, KG. Barra- LH Mt CPR2E4H~34%F3
cloughiwk-TaryrrzrreE2shTwn A)
BREDS —7y v RFER LIz, VXA Ay BH B (HLD
Y VIS DB EDW S 0 AR AR TR BIR BA 614 A~FL3IES]
REBERHEEL, #nZh{2.35, 1.93umTH A)
D, BITRGEEROZNEFRERIUTH -7, i EZE (61F 4 A~FR 34 3
E7z, ROBRMETRAEEREO LR ZH A, A)
stainless steel & Si .z —\—_EIZBNNOEHEE Hr E= 61FE4B~FH3E3
HWEOERICEID LIz, ANy T Y Ty — A)
MELTa2rZATy MEEE D B ND,OsDBE # Tl (614F 4 B~FRK 343
DOMERD b D ERFEAL, A)
1.3 HRIV—TEHE 14 #LEHIE

=ATBNY T e F YT A (BaNaNby, BEOEIRSITREDHEY TH 5,
Os) I NV — 7 DK EN N CEEFIREDCE $1E HE EE H7E FR BA
B, K&, RO Y TH 5, 10587 v— B2E AME EE  $E8E Mk EZ

7 HA6LE 4 AR BI3E AWM EE HEI9E EH B
WBEPIRE BE IEE (61F45~FH2F3 $4E AE EE BUE AFE EE

A Bo®E HAM EE  ¥lE AM EE
WEWEE WE G (FR2E4A~343 He6xE HY H= HRE HAF EE
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2. BNN-BNRN (Ba,Na,Nb,,03,-Ba;NaRNb,,0:0,R ; # TIHITLE)
OB & B 8% BIRIHEEZ DO 5E

21 F UL &I

BNNig v 725>y 7ur Ai#EriE-T
BOY, k<EISNIEEERY, RUIEREILSF
WMETHD (FE2.1D, LhrL, JOWEDOELE
GBS LERLEAET TOL I AHETLR
DTHTr s xvZ bumy 7 AHEOGE TR
EnTuhn, REZEGRETELIDIRLKRE
HEEFEROBTREBECTER»LBPLTERS
L&, ZOMEOERBEME (520~590°C) T
CHiFMOBBERENEERELET 5 L
WoTWwaY, 250, ZORE»ERT 3 & &,
e 7Sy 7 Ew5E, £, 0CCLLT DI
23 (tetragonal’» & orthorhombic~®) T A
Ju WA YBMETAEIEKCE ST, BEDRE
EHILERETWE,

Mukherjee 53 BNN D Ba® NaiZ GdW & &
b2 ZritkoT, IOBEERBEREOEL
FEMLUBLIELRRSE L, KFE TIZBNN-
BNGANREARE, B & O'BNN-BNLaNREBKR
2B O TEFERERE I BT 5 BEELDG,
RULaD#hE%EDSC & XBEITIC & - THZEL
720

2.2 BNN-BNGINZRD#2IZL B
MBPEAREERONR

2.2.1 BNN-BNGANEE#EEFEDORFMER

BNN-BNGAN % D 12784 D BERE RS0k = /B
Lize (82.2)o 215 OMRIEBag. NaGdy.x
Nb;oOs{(12zx= 0), Nb/O=10/30, [EFRE X
BaCO;, Na,CO;, (Shoowa-Kagaku-Koogyo
Co.), Gd,0; (Rare Metallic Co.), Nb,O;

(Hermann-Stark Co.) EDOHRBBVL SN, %
DHEX99.99% TH o7z, 216 DERMHFII &
CEREHIEAZN, 150kg cn™*D EH T TLlomnfE
DRy M E N, FLT, IhSIFZESR
HFT1150°CT 2 BRREINEA & NUBERE & 7z FBD
BW—EE2Eee sk, TDXI3REAITIES
~5EEEDEEI NI,

2.2.2 EEOXEEFBEE

AMAFA A MYy 7 BNNBED X FREHTE
ExfTv, TOBEFH2.1ETT, 3 7—EHE

(hkDZSEBIEA R & UTES N, 2.2
IXBNN-BNGNZ D X#REH/ 85— ERL T
5, BNGN O # nic £ v» (002), (240), &

(042), (060) DF7vy PFEFRFTHE—E —

#2.1 =4 T7EANY v AF Y724 (BNN) Ophase!)™®
Phase
v 11 INC I I
State ferroelec. ferroelec. ferroelastic paraelec.
paraelastic ferroelastic paraelastic
Cystal system tetragonal orthorhombic tetragonal tetragonal
Space group P4bm (No. 100)  Cmm2 (No. 35) P4bm (No. 100) P4/mbm (No.
127)
Point group 4mm mm2 4mm 4/mmm
Symmetry noncntro. noncentro. noncentro. centro.
Trans. temp ('C) (about) —163 250 284 570
Phase transition (INC) (INC)

ferroelastic-trans.

ferroelec.-trans.

INC: incommensurate phase (transition).

Trans. temp.: phase transition temperature.
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2.2 WERE

Atomic ratio

Sample Composition
Ba Na Gd Gd/(Ba+Na)(%)

BNN  Ba,Na;Nb,oOs, 4.0 2.0 0.0 0.00
B9G1  0.9molBNN +0.1molBNGN 3.9 1.9 0.1 1.72
B8G2 0.8 +0.2 3.8 1.8 0.2 3.57
B7G3 0.7 +0.3 3.7 1.7 0.3 5.55
B6G4 0.6 +0.4 3.6 1.6 0.4 7.69
B5G5 0.5 +0.5 3.5 1.5 0.5 10.00
B4G6 0.4 +0.6 3.4 1.4 0.6 12.50
B3G7 0.3 +0.7 3.3 1.3 0.7 15.21
B2G8 0.2 +0.8 3.2 1.2 0.8 18.18
B1G9 0.1 +0.9 3.1 1.1 0.9 21.42
BNGN Ba;NaGdND,,0s, 3.0 1.0 1.0 25.00

General formula: xBNN-(1—x)BNGN, or Bas,Na,,,Gd_.NB,;O;,, (12x=0).

o
wd
Lz

132

242

o
w
o

o
o
A % =)
o w0 F’;
2 S o T o s
. ~ To o A
o~ - =~ - o -
o~ © o - bk hadt o -
=8 M - o o« 2 oS ¥ S
~ 3 o o o — s - e D T
s 22 33 < s 295
[ @ . 0 bid < v ™~ oM -
3 3 “ . = P -2
@ - < ° J o« ~ - SRR T
o - o o, w i
o ~ o~ - @ o -
o~ ™ « =20 v e
o " - | - - ] "nfolwn
S O] g «© w” TN i ol o
) : h LA

B2.1 AMPAFAARMY v 7Ba,Na,Nb,,O5 (BNN-S)D X R EHT/ S8 — >
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Wk
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!
40

26 (deg)
2.2 BNN-BNGNZO X KB/ S5 —

-
=
____

MLM

60 70

ZW b, €T, d002)=d(240), d(042)=d(060)
£9D,a=5"c, {2 3IZBNN-BNGND = b«
EAOEHEBTFEROELERL TS, Ih
WE D, GADEMHENMT % & c BudiRA L, ofif
EDIEEINT 5, BNN2 S B4GEDFERKIC B>
TcHOBD e mTH L, F T AT 71
U ARENCBWT, S5AB N AL YA M
Ba**»3 5, 4 B b > A A M idNa*, Gd3*
»5® 3, Shannon & Prewitt!®lc L 2UE, 1 4>
EEIFFNFNBa% ; 0.136nm, Na* ; 0.102nm,
Gd¥ 1 0.0938nmTH %, 2L T, TILoDA 4 >
QHEf 2=y PPOREMEEENEN L, 4, 4
TH 57, BNN-BNGNEBEHROEMIEIZ 4 &1
Blb, LoL, A7 FREIRBETHL. -
T, GEHRSBYA LD 4BV FPRERS
%, NbOsoctahedrale & A% 13 abtill % S
THINCHEE L, a, bEHEIEGA/(Ba+ Na) 2% -
ThbReEfz LI, RIEshs, —#, 0
N AV FEAT I R Z DO BB S
HHEaNDL, G ERIDA & U HEFEERE S T
50T, cHliEGd/(Ba+Na)o#Eimz £ /s <

S 2.480;
BN 2.460 £
x v
— Swew o Joase ™
£ 1762 o o b
= 1.760£o—o————u-—v——°—‘°‘—°_'—“7—'—°
e 1.758
0.800
0.796
£0.792
0.788 < o
0.784
23832885 8 8 &
@ o m w [+5] w @ [+2] m o =3
. 1 i 1; 1 A
0 5 10 15 20 25 (%)
Gd /{Bo + Na)

2.3 BNN-BNGNEOERBU 2B FEH (a
¢} DEAL L BAIRADHRE (V)

2.3 DSCHIZE M

Temperature sensor K(CA)-type thermocouple

DSC range 1 mcalsec™!
Reference x-Al 0,
Heating rate 10°C min™!
Chart speed 5mm min™!
Atmosphere N, gas flow

Pt pan (5mm diameter, 2.5mm
high)

Sample holder

Bo T, I DB ERMIRR T 2 ST
ZALEGAD D WEE EGADE WK E TS
DR -Tnwb, #LT, ZOEFRIIBIGETH
%,

2.23 MMEHAE (DSC)

SEEE B EIERIRAE (T.) TODSCOR:EHpeak
BEDORETOBREENEREL TW5 EIREL
T, DSCHEDR B Zhbiliz, I OBIIEHFEE
BREBILbNS, £z, DSCOZMBITE2.3
2, DSCH — 7 13M2 AIRENT w5, R0 &
DR BH, T2 AIRENT WS, B#Hpeak
DO (A, &peak temperature (T.) & #»3Gd
DEOEIMCE > TR T 5 LT 5 » 58
S5 TH b, ZDpeakiIGAdDL V¥, B4GS,
BNGNIZWTHEEIE i v, peak D& T 3
BER (B4GE) BEBTOCEIOEOER & —5
7% (H2.3), DSC peak area (A.) iZtransition
enthalpy(AH) ICH¥ 3 %, 2 2T, AH.=kA(k;
conversion factor), quartz®transition enthalpy
1£573°CT 0.174kcal-mol~"'9, BNN-BNGN @
AH lZquartz®area peak & th#E$ 2 Z Lo kD

—bh
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] ! ! [ . T I [ I I

04 mcol
O —

B6G4
o e
-
<
=
fod
i)
x
= B4G6
>
] wd
<
= - B3G7
= B9 Gt
f—
2 B26G8
wi J
<f
=
5 B1G9
p
B8G2 S
2
§ = BNGN
s
¥
- L | ! | | | )
§ 150 200 300 400 500 600 650
= B7G3 TEMPERATURE (C)
o1 | 1 | |
150 200 300 400 500 600 650
TEMPERATURE (°C)
[42.4 BNN-BNGN[EZEDODSCHLE
$£2.4 WEEMEEROIC I LE— (AH) HEasN S, 2.40peak areaDHREIZH L v
e — S W, AL AH DI PMER K2 48R T, 2 DFEERI
Sample eight emp. Peak area, Enthaply, Gd £ Gd/(Ba+Na)DEHNZ X 0 T, & AH 2550

(mg) T.¢C)  Admm?) AHfkcal mol™)

FTHIERRLTwA, DED, ZITIEAHD

BNN 95.79 587 2246.464 2.674
KEWIE Eunit celldZl (at T BREWLI &

B9G1 88.23 572 1117.536 1.444

BSG2  §9.64 554 673.619 0.857 ZRLTW5,

B7G3  96.51 528 2.24 SEOXEBEEFOAE

B6GA 9854 465 WFAEMER TODSCORE LD S &

BSGE  96.80 452 BHRELORE S 2RBL TV LS REE

ﬁiﬁ? ZZZZ FERT 572012, BTFEROBEELEHE L,
B2GS  92.33 BT ERa=b,cS XA DT — 5 p55HE S

BIGY  95.20 72 (B2.5, 2.6), HAEOMEIC X %a, bEHOZEAL

BNGN  97.40 20[8] Bik-o &0 Lawds, cEioZ 2B &

The others could not be measured N7 400°C~600°CTDAc/cF 721X Av/v (EIN

The enthalpy of the phase transition of low-to E) BGAOBEIN > T/hE L d, ZOEER

high-form quartz at 573°C is 0.174 kcal mol~* [15] AHOZELZEBRLTB Y, - TDSC peakif
Weight: sample weight. BORT. TOZ=v - 2 VOBREEEEREL T

T.. temperature of ferroelectric transition.
A.: endothermal peak area at 7.
AH_: enthaply of the phase transition at 7.

WBEEWLIREZBEL T,

—6—
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2.6 BNN-BNGNFREEERD il Sl R

225 MBEEICHTIESR
IT, HMEBEETO2=Y b - wLORE
AL L DSCO peak HEFE O X I BE T 2 MRE %
D B2 AR O BRI I B2 TIic R &
T3, suffix &R, suffix 2i2{EEMHE%Z
RL T3, LLTiGibbsDfree energy D, % 7~
ERS
G=H-TS (1)
(0G/aT),=—S,(H=E+PV) (2)
G ¥7A2ADHEMBET )L ¥—, H enthalpy, TH
MEE, Szv ot —, EREALF—, PE
51, V&M, E8sicritical TH L, G, =G,(at
To,

B2.7 HHEROBIFHEEGRE TV

AH.=T.AS,,
(AH:Hl—Hzg AS:S1_82) (3)
ASc# 0 (4)

AS.# 0 DFHER * —ROMBEEL L WS, 20
BEAH#0, &< O WFEBHRMEERE I dis-
placive typell B %, HMFHFEHRMBELEDAH T
BWHZE, FAAYEREDOWE WA RERE
X o> THET 2, DSCREWZBWTIE, B#peakd
R (A) iF > L E— G L Tw3 (AH.=
kAo, 1HE 2HEDEBELSIAE DL &,
AH DK E 8 JHBELCEAEETH L, =)
O —2% ) GcurveDBEARIZT. TT 3 &<
ZET 2 L&, $ioDSClRk#peakid K& 2 EEx
b o THRN S peak®HEET 5 & 3T, TS, =9,
THDIEERL TV, ZOL D 2EERIIE
WOER LEZ 5N 5,

Ballman 59933k & L7z & 512, T, COBNN®D
BREEIARE L, IR cEEDKE BT
rFaEz6M3,

FEOHE I, SRBOEEELD L
WH b, 2F D, DSChOpeak @ IFAEBEE/LD
KESOHBZRZD 33m6ThHb, LTORE
By A5y e 7a X8 THY Ba, Na,
Gd, Nb, O s> Twvwa, Nb/Oi210/30ic—%F
[Zlzb iz, Ba/Na/GdREHc k> TERZ->T
W3, fiE- T, DSC indicator methodiz T, TOE
AL &> T, BHMTH %, NbO, octahedrah>
5 2R IlabA S OETEAOCEE LTS
0, TAIBwT v anwn, fEoT, T, TD
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a O LI LB RN S v, —7F, BT AT
F—7v» P A viEBa, Na, GAThHEHSNT
W5, GBR*EFEIIZ[Xeldf"TH D, lone pair
electronDFEERL T3, fE-T, Gd-OD
bondD i & 13Ba-0, 721k Na-ODZzh L) bid
WwWeEZHNS, 57T, GA&-ODO R > Fo#HE X
Ba-O, Na-ODZFh I D bimEnetEZoNE, 8%
5L, FNHEETT . TORBEENFE 2z on
ZEBRDLNE, 2L REBEDLS, D75
ZR A F BT TCOBREEEMREZBDICE
MTHhBEEZOND, BERD, ZHL5DAF
VREREOA F VERER o TWENLTH D,

2.3 BNN-BNLaNZR®ODSCIZ & %
MPBEAREEBONR

BNN-BNGN & [Al#, T, TORBELEIHE 2
% HE9 T, BNN-BNLaN2VZ D EEHT D\ T X
powder diffraction @ ] E??, K (FDSCHET %
Fotz,

2.3.1 BNN-BNLaNZREZRAOHAFER

BNN-BNLaNFR& O AR 2 RR L7z, 2
o DFEBZR2 5KRT, ZORO—MBIZLLT
D & D ITRREN b BagirsexNarosslaix
Nbi1o+0.12x0301024x' 777, (1 2XZ0), R E I
BaCO;, Na,COs, La,CO;, Nb,OsT, TN 5D
WE399.99WR T d -7z, HiFE 2 D ik Shoowa

Kagaku Koogyo Co., 3 #F H 13 Rare Metallic

2675

Co., B izHermann Stark CoCTH -7z, 7,
IV R« AV —OBNNEBNLaNZ&RL, #
DBICEHPVOMEK RS LT, H—KREELIE,
200ke/cf @ FE ST TI6mED 7 4 A 7 WAL 7z,
ZODT 4 A7ET750°C, 6 BRETHRE L, BT
WRicL, BUZVAREIL T, 1170°C, 1286

M DB Z21T > 72,
2.3.2 BNN-BNLaNREBZFODER
X fRERge

BB O XF Y F—EFOEBRFBRIEK2.8
WA, &N —VBIFEICLUUTEHY, £2.6
DI BB TOaNE L, COERBERIZO
RFEEEBTHY, NTF I RFy - T
AIEERE>TWE I EERLTWS, ¥FEL
DRRZELIIKZ QIR T INHD/NT X ¥ —IT
HWIZEEL 2 »390{E & 66218 D peak & T
HBE XNz, 99.99% DSi powderHSHEHEY)HE L 1L
THwsNn, M2 9B o5 X 5 iZatizLa/
(Ba+Na+La)OBEIM< & - Tz gL, ol

RS DA T B,
2.3.3 BNN-BNLaNZREBHOBFEHD
BEREME

BFEROEEE (Al/1, 1=aorc) PEE
DO XFREFEBEH VL TITbit/, K2 1010k S
NTWw3 k3, LaDBENKRE 2 b L, T
BWT, cHIOEIZNE LR DED, adlioZ g
Th o, LT, BLoE 72 1 B4L6fHA Tlde

#2.5 BNN(-B)-BNLNHHE

Composition Mol. ratio

Atomic Ratio

Sample name La/
BNN-B BNILN Ba®* Na* La®r 0% (Ba+1(\%a+La)

BNN-B 1.0 0 4.17 .42 0 29.88 0
BIL1 0.9 0.1 4.05 1.38 0.10 29.89 1.81
B38L2 0.8 0.2 3.93 1.34 0.2 29.90 3.66
B7L3 0.7 0.3 3.82 1.30 0.30 29.92 5.54
B6L4 0.6 0.4 3.705 1.255 0.397 29.928 7.41
B5L5 0.5 0.5 3.588 1.213 0.497 29.940 9.38
B4L6 0.4 0.6 3.471 1.171 0.597 29.952 11.40
B3L7 0.3 0.7 3.35 1.13 0.70 29.965 13.51
B2L8 0.2 0.8 3.24 1.08 0.80 29.98 15.63
B1L9 0.1 0.9 3.12 1.04 0.90 29.99 17.79
BNLN 0 1.0 3.00 1.00 30.00 20.00

Atomic ratios are presented by setting that of Nb**=10. BNN-B: Ba,,,Na,4sNb1:0s02: (synthesized sample).

BNLN: Ba;NaLaNb,Os, (synthesized sample).
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2.8 BNN(-B)-BNLaNZREZEED XAREHT/ 5 —

~
Ac/e
Aa/a
(%)
04
Av/v
%) 02
or O
-0.14r -02
-0.2+ -04
-0.3r -06
-04F -08
-05+ -1.0
061 -12
-7+ -4
-08+
-09t

T YTV YT OVTTY T O T

20 30 40 50
CuKa 28 (Deg.)

Aa/a

R T T Y S S S TN (U N U W VO o N Ot s

0 5 10 15 20
La/(Ba+Na+La) (%)
L b 1 1 I 1 | 1 | H J
m
L~ N Mg 0 O M~ o o =
=N T By i T
Z o@D ~0 0 g MmN - =
Mmoo oD OO O O m @

2.9 BNN(-B)-BNLaN [# % 4 @ La/(Ba+Na+
La) & Aa/a, Ac/c, Av/veDMRFH

B6 L4
ak
— — <
N & 3 ooo”
hed = . u=b15,¢'
3 3 oo™
) St /
< 2
e - c
b @ -1t
Z =
o Q_.Z_
> &S
w -3k
_ab
0 200 400 €00 o 200 400 600
TEMPERATURE {°C} TEMPERATURE (°C)
B5L5 84L6
QO
4r foasd 4
o o0
o o ~ o7 °
> 3 oxv 57 w3 P
> b o = -2
~N 2 2 o
3 i N o
< ,’p' N 3 ‘M
% Ooﬁ*\‘\‘ﬂ = 0
@« =4
] g2
o, <L
= -2t & -2
w
_ab .3l
-4 -4
0 300 400 808 0 200 a0 600

TEMPERATURE (°C} TEMPERATURE {°C)

[92.10 BNN(-B)-BNLaNZREEHEDOKETFEHROE
BEZ

HOBIEEF I B,

2.3.4 BNN-BNLaNZREZEEODSCIC

& BERE

DSCOSEHIZFE2.TICRENT WS, F LT, B
AENEDSCH—7IB2. 1M RENTWBE, B
MY —o OEE (A) tE—27EELa/(Bat
Na+Lla)g i3 La BB I->TRPTH I &
WS HTH B, E—7dLaDBENKE W
B ; B4L6,-- BNLaNZ 38l s hiz v, DSC¥
LT REERRE CORBY — 7 EE (At)
B et — (AH,), AH,=f-A,(f; con-
version factor), quartz@ERF T > h o -
573°CC0.174Kcal mol~'?, BNN-BNLaN®AH,
WdquartzD ¥ — 7 ER L LB L CEHE 3N 5,
-2 EE (K2.11) OBRERZEHEL VWIS D,
A AH OTPMEIZR2.8D & S CRKdTz, I
Wk pE, T, L AH ZLaDBEOBEIMIfE > T
Y4n, COBERIHEBOXBOT -5 L IX
L Twb, DSCOF— 7 1X2. 1218/ N T
Wwh, AHAET, (Te, 2721 T, TOEERZAL
F—TH 5, >, AH,/Ti{cal-mole™'-K™) &
MBEBRERTCHD, 72, AH,/ T h —713La

— 0
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#2.6 BSL5D X HEREINT/ S — 2

Wbl d(obs) d(calc) Ad 26(obs) 26(calc) A(28)
(A) (A) (&) (deg) (deg) (deg)
020 * 8.815 10.03
220 6.249 6.233 0.016 14.16 14.20 —0.04
130 5.583 5.575 0.008 15.86 15.88 ~0.02
040 * 4.408 20.13
002 3.983 3.969 0.014 22.30 22.38 —0.08
240 3.948 3.942 0.006 22.50 22.54 —0.04
022 * 3.619 24.58
150 3.460 3.458 0.002 25.72 25.74 —0.02
222 3.353 3.348 0.005 26.56 26.60 —0.04
132 3.233 3.233 0.000 27.56 27.56 0.00
440 3.120 3.117 0.003 28.58 28.62 -0.04
350 } 3.025 3.024 0.001 29.50 29.52 —0.02
042 2.949 30.28
060 2.941 2.938 0.003 30.36 30.39 ~0.03
242 2.792 2.797 —0.005 32.02 31.97 0.05
260 } 2.788 32.08
152 2.606 2.607 —0.001 34.38 34.37 0.01
442 } 2.450 2.451 —0.001 36.64 36.63 0.01
460 2.445 36.73
352 2.405 2.405 0.000 37.36 37.36 0.00
062 2.362 2.362 0.000 38.06 38.07 —-0.01
370 2.316 2.315 0.001 38.84 38.87 —0.03
262 * 2.281 39.47
080 2.205 2.204 0.001 40.88 40.92 —0.04
280 2.139 2.138 0.001 42.20 42.24 —0.04
462 } 2.082 43.44
660 2.076 2.078 —0.002 43.54 43.52 0.02
570 * 2.050 44.15
372 2.002 2.000 0.002 45.24 45.31 —0.07
004 1.991 1.985 0.006 45.50 45.68 —-0.13
480 1.972 1.971 0.001 45.98 46.01 —0.03
082 * 1.927 47.13
224 * 1.891 48.08
282 } 1.882 1.882 0.000 48.32 48.31 0.01
134 1.870 48.66
390 1.858 1.858 0.000 48.96 48.97 —0.01
662 1.840 1.841 -—0.001 49.43 49.47 0.01
244 * 1.773 51.51
482 1.764 1.762 0.002 51.76 51.83 —0.07
680 } n 1.763 0.001 Vi 51.81 —=0.05
0100 7 n Y Vi Y Y
192 1.748 1.748 0.000 52.28 52.29 —0.01
154 1.725 1.721 0.004 53.04 53.17 -0.13
590 1.713 1.712 0.001 53.42 53.46 —0.04
392 } 1.683 1.683 0.000 54.46 54 .47 —0.01
444 1.674 54.79
354 1.663 1.659 0.004 55.16 55.33 —0.17
064 1.648 1.645 0.003 55.70 55.86 -0.16
264 1.620 1.617 0.003 56.78 56.91 —0.13
682 } 1.612 1.611 0.001 57.08 57.12 —0.04
0102 Y] P n Y Vi Y
592 1.573 1.572 0.001 58.64 58.67 —0.03
880 1.557 1.558 —0.001 59.28 59.25 0.03

Ad: d{obs.)—d(calc.).

A(28): 26(obs.)—26(calc.).

*. not detectable or very weak peak.
}: overlapped peaks.
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B2.11

TEMPERATURE (°C)

BNN(B)-BNLaNOHIEEEIE

T MY Y AT AR

2.7 DSCHEflIZMHE

Samples (see Table I)

<200 mesh
a-Al,05(36.21mg)

type K (chromel-alumel)

10°Cemin~!

Powder size
Reference material
Thermochouple
Heating rate

Range 0.5mcal-s™! {full scale)
Chart speed 5mm-*min™*
Sample pan Pt pan, 5°X2.5% (mm)
Atmosphere N,gas flow
Start temperature 50°C
Stop temperature 650°C
N an
aHy| Te L
—~| el < h =
S < aHy/ Ty =
| soof - 10
800r 480t 08
600+ 460+ 106
400+ 4401 04
L ]
200f 420( . {02
0% 400% === T T s 20 Y
Lo/ (Ba+Na+La) (%)
2599885993
2 0 W M~ W W T MmN e =
Mmoo MmM@mo oW @ M m m
2.12 BNN-BN

LaNE#EEOHESR T 7 1 E—
(H)) tEBBET,) O (La/(13a+
Na+La)) %1k

DHAHERIBOWTEICRDL I ERBERLTYS,
D&z, DSCIz & 2BZEIIBNN® £ & [E
HEOWEOMER TORBELEMET 20E
MTH 5,

235 HhHYIC

X EHREHTHIE £ DSCIz & 2 HE I £ » TBNN-
BNLaNZA ¢ HEEER I L BEgczy, ¥
CIAT Yy e TurAEEE LS BT,
¥ 7o, BMHBMHEEE COBEELIZLaEine
HoTHPTEI LD PoTz, FLT, Thbd
DEBRFERIIBNNEEEOBTRCER2ERE
BEz2Twa3,



ERMENIFAREREE  H675

#2.8 DSCHEF -2

peak temp.

Sample weight Peak area Enthalpy AH, AH /K
Sample name (mg) T T (mm?) (cal*mol~?)  (cal'mol-'-K™1)
C) (K)

BNN-B 63.54 513 786.16 1360.665 737 0.937
B9L1 76.25 501 774.16 1577.237 710 0.917
B8L2 80.13 493 766.16 1310.901 550 0.718
B7L3 81.68 478 751.16 917.681 384 0.511
B6L4 91.65 453 726.16 653.578 244 0.336
B5L5 91.58 425 698.16 365.721 136 0.195
B4L6 89.90
B3L7 75.52
B2L3 77.97
BI1L9 71.81
BNLN 76.17

Transition enthaply of quartz (at 573°C): 0.174 kcal-mol™*.

1 mol quartz (Si0,): 60.0843 g.

AH,: transition enthalpy of sample (1 mol.).
K: absolute temperature (0°C=273.16K).

7y transition temperature (7, or 7).

2 E XK

1) P.B. JAMIESON, S.C. ABRAHAMS and JL.
BERNSTEIN, J. Chem. Phys. 50 (1969) 4352.

2) L.G. VAN UITERT, J.J. RUBIN and W.A. BON-
NER, [EEE ]. Quant. Elect. QE4 (1968) 622.

3) AW.VERE et al, J. Mater. Sci. 4 (1969) 1075.

4) AA BALLMAN, J.R. CARRUTHERS and H.M.
O'BRYAN Jr, J. Cryst. Growth 6 (1970) 184.

5) S. SINGH, D.A. DRAEGERT and ]J.E. GEUSIC,
Phys. Rev. B2 (1970) 2709.

6) T. YAMADA, H. IWASAKI and N. NIIZEK], J.
Appl. Phys. 41 (1970) 4141.

7y J.S. ABELL et al., J. Mater. Sci. 6 (1971) 1084.

8) LANDOLT-BORNSTEIN, “Ferroelectrics and
Related Substances” I11/16 (Springer-Verlag, 1981)
p- 179.

9) C. MANOLIKAS, Ferroelectrics 34 (1981) 235.

10) J. SCHNECK and F. DENOYER, Phys. Rev. B23
(1981) 383.

11} J. SCHNECK et al., ibid. B25 (1982) 1766.

12) J. SCHNECK, G. CALVARIN and JM. KIAT,
Amer. Phys. Soc. (Rapid Commun.) (1984) 1476.

13) Y. UESU et al., Jpn J. Appl. Phys. 27 (1988) 1167.

14) J.L. MUKHER]JEE et al., J. Solid State Chem. 24
(1978) 163.

15) M.W. CHASE Jr e al., “JANAF Thermo-
chemical Tables”, 3rd Edn), Part II, Vol. 14, Suppl.
1 (National Bureau of Standards, Washington, 1985) .

16) R.D. SHANNON and C.T. PREWITT, Acta
Crystallogr. B25 (1969) 925.

17) M. SHIMAZU, et al., Powder Diffraction (to be
published 1990) .

18) Landolt-Bornstein (Editors): Ferroelectrics and
Related Subtances 1II/16 (Springer-Verlag, 1981) p.
179.

19) K.G. Barraclough and LR, Harris: J. Mater. Sci. 4
(1970) 389.

20) P.B. Jamieson, S.C. Abraham and J.L. Bernstein: J.
Chem. Phys. 50 (1969) 4352.

21) J. Iwasaki: Mater. Res. Bull. 6 (1971) 251.

22) M. Shimazu, Y. Kubota, T. Wada and S. Tsutsumi:
to be published in Powder Diffraction 5(3) (1990) .

23) C.R. Hubbard: Nat. Bur. Standards Certificate,
Standard Reference Material 640a (Feb. 19, 1982) .
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3.

31 F L &®IC

BNN (=A 7@ oAb oA) &<
HHNBRNERERT, 7% OWsEH
W&o T, RETRELEEREREEIEASNT
70N, ZFREBEMELIE S REOPORAERE
FoTwin»roThHbd, £7, BEOBHARK
BT, EFEAMHEREE (580°C) TRERE
AR TACBAEPELCTLESIZLTH
%, ¥ 7z, tetragonal state?» & orthorhombic
statelC#EfE T % & & (~260°C), twindSET 55
WHERYOBERFERELLTNWS, IS5 DME
BEBITHERL ro72, AA Ballman®iZEH
EREPFECBOAC—FCHBRET A LicLY
75w 7 DR OBNNOERFRTHRMEL (ED
TR LEHEL T B, — 7,
Mukherjee!®3Gdd ¥ — ¥ > 7 B BNN D 2 i
FRDBRS I ENEEREZERRR LI, HiZ,
EESWIBNN-BNGNR K BWTDSCR & 3
FEREELOFRIC L > T, ZOEBEELIEBNGN
LBNLNO#EIMZ L > T 2 & 2HEFRL
7o MR IF I o OWIRFBR 2 ERIC LT, BNN
BESEREH A, 8 X 8 X35m~12X
12X35m®D 7 7 v 7 Oy, EHTBNN
HMELERICKII L, 7, BNN-

1500

BNLNZ AV b2 5B S M- BES b

AMAFZRAP) w7 « AN DEFRHE

NRBEELRLDOEFBO DRI I IO
g b OBES NIz, S
3.2 BNNEHERBER 2
321 XbAFAAIY o AR} %
75 DBNNE#RHA -

BNNHE GO BEREF LT 5 2

Lo, AMAFA ALY w7 DBEBERKD

SHGEHEZFNDL -0, T D8

SEEBR A To%k, HE & L T99.9%D
BaCOs, Na,COs, Nb,O;% v 7z, BIED
MR 2 XD HciREEIZAL, B

1400

1300

1200

CziBIT & % BAs s B R DOW5E

AKIE (~500kg/en?) FTEREL T, $9800°CT10ME
RID IR %17 - 1218, BUBKET THERE
BB (~45¢ X 70mm) LT, 1100°CTLORER] D Ehill
B Lo THERERES T2, 22504 X50mudd
BaLY RICAN, ERAEMRGROBERFTA
ML, 8mn/hrD5| & EITHETERL /o, Bk
FE T OBEATIZ~1000C/emTH > 72, BRE
NI FERIE~10¢ X 40mn THREFEEHICE > TEH
MRS STz,

3.22 BNN-BNLNZ XL P HSD

HESER

BNN-BNLNROES T ORBR 2 ERIC L T
BNN-BNLNZ®D AV b 25 BZD 5 »BNN#
HEROBRERAS, LT, BAL ANV M
0.2~ 1mol%DBNLNZ&ATWS, L»L, H
BRIV TALA N, FF AN YT R
BNN& 0 38 ix L wvwas, BNLN#% < k231
DN TCCHEIWCEBEREMENTTL %, #LTC, AP F
FANY T O TabE LD 5 ER
Bh b, HEZEERZD Y A X 12254 X15mm T
Holze

1100

—Liquid surfoce

Bg3.1

0 10 20 30 40 50 60 70 80 90 100
The distance from liquid surface (mm)

F 37 7V A F—BEIFEOBRERFTAORE S
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3.2 BNNEFEZOEHR

#3.1 BNN-BNGNREEEADOERTE L 20 AL
P2 5B & TS 7 BNNEH S ORI
#F DR (AFT ; BNN-BNGN %851k, B
1T ; BNNH &)

Ba Nb Na Gd (0)
A 3.998 10 1.998 0.002 30
B 4.005 10.75 1.607 | 0.00195 30

3.2.3 BNN-BNGNZAI PHHD
BEiESER

Cz¥ 1w £ » BNN (99.8mol%)-BNGN (0.
2mol%) DR DRI &, [ THGR
BRINT, T2, 504 X50X1.2mmD HE LY R
BHRVwLNTZ, ZOCZEBESWFDG| & EITHETEO
BESMERH3. 1R T JAREHELELIES
7O ERAE COKRE RBREALSILETHY,
ZDORE 312100°C/emTH - 7z, EWFED S L
FHZHN 2 - T, BEARIFER /NS
D, ¥&E_E15mm & 45mmdD L~V TOIREZEZ15°C
~17°CTH o7, BRI NI Z DEBICH
Fah, 2R CHRE SN, ZOREZIZAA
Ballman#$# A U7z A% (50mmD T +0.5°C/cm)
LRELLER S, 518 EIFHEEE 8 ~10mm/hr,
EEEHE 1Z10~15rpm TH o Tz, B S NIz iESL
1% 8 X 8 X35mn~12X12X35mmTH v, HEEEH
THolzo BERENIZFEER3.2IERENS,
Ht® (Ba, Nb, Gd, Na) ODEE®IT> 729

W2, ICPRUVAACL 2O EBIRolz, £,
GAD E &2 13100mg D BNN B i S O /N & B v
7o F 72, Ba, Nb, Na?DE &= IZ 1Z60mg % >
720 ZLHOFEHI VTN b as-grown BNNEE
D SYIDH LT, Tho DEEEY v 7 VIdE
ETFT130°COHNO;-HF DB ICEH» L THIE
2{To7z 2o DFERKITE Omolar ratiold
3. ENTWw 3B, T D FT—% ifas-grown
BNNE#E iy dstarting materialL D  NaD &S
WD D ENgnd, TR L T, Gdix

0.00195Cstarting material®0.0021ZFEH ITIT VY,

3.24 BNN-BNNANZR XL FH5D
BiESER

BNN-BNLN, BNN-BNGNZ X)L s 2» 5 DE
TAmE R & FEROZIE % #17F L TBNN-BNNAN
(Ba,Na,Nb;,030-Ba;NaNdNb;,0s,) 7 AL b
o BELOBRERAT, 5 X 5 X30mmD B
D WEGFEHADOEELIE O N, BRINT:
HaDICPEB L UA AL 29O RICE 2 &
starting material L5 A CHE» 52> T 3
ZEBbrolz, ZORMED AN DEREES
IZH7H, BNN, 8L UBNNANIZZFhFhik &
D &> HEFAETER LIz, ONa,CO; & Nb,O; &
TA ML F4 X MY 7% NaNbO, %315 D, BaCO,
& Nb,Os & %2 5BaNDb,0; %2i&-> T, 2D 2 DOW 5
Ba,Na,;Nb,;,05% 2K %, @, QLR FET
NaNbO;, BaNb,O, %#1E D, NdNb;O, % Nd,O; &
Nb,Os &2 53ED, ZdD 3 Dh 5 BasNaNdNb,,
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102 | eatded 0000 00 @ |
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Temperature (K)
3.3 BNNHEFEED A OFHEEIE (e53)

O %2, COHERZEBAT 2 AL DOEE®
ERBETNaZ2ZERSEL LW THO I L 2ER
L7z,

3.3 FEEDHE

COBBEREY T (8 X8 X2.7Tm) DHE
FAOFEE & EBIR» 5600°0CE TOREHEER T
Tolz, EBRIZERTTH I xbil, HRICIZ0.2
¢ X 1000mm®D Pt-PtRh (13%) OEER AV s h
720 EEEREIIMI.JREANTWS, f5T7°CT
FERIIBRICGEL, ZOKRE3RIOL—F—
Thb,

34 b Y I

BNN-BNGNFZODO AL 627 Ty 7 Dgn
BNNOEEFEOBERICKII LIz, F—7L7%Gd

DERR TOREFREERITFS 2 BRTH S
ERbNBE, £, ANMOEREEZOWEL]
»SBNNOHB I 2 LS5 KBELERT 20
T3 <, NaDZEF % < A, 3 NaNbO, %
BLIEWBLETHD I EBbhol,
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4. BNNRHEHESDOSHGEHED W5

41 F L »IC

BNNiZ &k CHIS N BEAEREE»I TR E
SHGEIER B> Tvs 5, LINDO, b FN7-SHGY
BT H BN, BNNIZZFN LD &EMICSHGE
RBKE W, 22 TEEREN: 3BEDBES,
AbA4AFL ATy BNN, LaF—=7D
BNN, GdF—~70OBNNOSHGHIE ZEIE L7
BRZON, ZOBRET>Twb, ZIZTHED
NIREHEEL LISTREN TV 5,

4.2 TEMIEEZE

421 =A4o/nvqr

BNNO~A 70y A4 o id290°CUL T Cc4&3 3

(£4.2), T &> THESRIZNEEAZEHE L
TERENT 5, HM4.1IZBNNOD Bz 7 - 72 %5t
DIRABEHSEEE TH 2, ZOHE (001) FEHLHF
BanTwd, BREdECF727 5y 7 %
FoTws, TOBEEE 22070y 7 DEES
RLTWwb, 1207wy 7 (L) 3E58.3m (¢
HIZH->T), B6mm, HEE4. 3m (aiiziy->T)
THd, ZOTA70 « VYA VIFEWRKELT
E-TEBY, ZFOHMEIZas-grown crystald V) v

VIWAT, ERBEBTHY, a, bEIOXN B
[T ® %, Barraclough-composition® BNN T
i, E¢fltetragonal & L T17.623(9)A, cHhix7.
97TTBIATH 5, L L, EIR TliorthorhombicT

#41 BERBH

Sr?;;?ele Chemical composition
BNN Barracloough composition
BN(La)N 0.986BNN-0.014BNLN,
La,0;=0.07mol%
BN(Gd)N 0.986BNN-0.014BNGN,
Gd;0,=0.07Tmol%
BNN: 4.22BaO- 0.72Na,0- 506Nb205 , or Ba,,.Na,

Nb10.12030.24
(Barraclough composition, congruent melting
composition)®
BNLN: Bas;NaLaNb,,Os,
BNGN: Bas;NaLaNb,,Os,
BNN, BNLN, BNGN, BN(La)N and BN(Gd)N have the
same tungsten bronze type of structure?.
Every single crystal was grown up along the c-axis.
Starting raw chemicals such as BaCC;, Na,CO;, Nb,
Os, La,0; and Gd,0; are all 99.99w’'t% in chemical
purity.

Fd4.2 ZATEENY DA F MY T L (BNN) Dphase™
Phase v I1I I I
State ferroelec. ferroelec. ferroelec. paraelec.
(microtwin) ferroelastic

Crystal system tetragonal orthorhombic tetragonal tetragonal

Space group P4bm (No. 100) Cmm?2 (No. 35) P4bm (No. 100) P4/mbm (No. 127)

Point group 4mm mm2 4mm 4/mmm

Symmetry noncerntro. noncerntro. noncerntro. centro.

Phase trans. (about) —163 290 570

tempereature (°C) Ferroelastic Ferroelastic
transition transition

The existence of an incommensurate phase etween 250 and 284°C has been reported recently

(1981, 1982, 1934, 1988.)

References: Uitert (1968), Jamieson (1969), Vere (1969), Ballman (1970), Singh (1970), Yamada (1970), Abell
(1970), LB III/16a (1981), Manolikas (1981), Schneck (1981, 1982, 1984), Uesu (1988) . Refer to the

references quoted in the paper of 8).
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4.1 WHE L 72 BN NSO REEMS 5
KR LTewA ray 4 YBRLN, aficdfL
T45° %22 LT3,

4.2 300°CTOBNNEFEZDOEMHFEHE (M1«
RENTD LFEUHER) o
KHITRE NI LE COILEDFERHRKY >~
7Y = I3HEREROBRERL TV 5,

BB, affitiERE I NI 70V A Y ARED
BER1 X #REHT & back LaueRhHic & W E S 1
Twb, ¥4 70V 4 ViZcEiAROEE TR
TOARBEPE N, a DHFREICBWTIIBEAZIN
", ZOBEEFYA ra - YA idab-planeil
BoTHOAREL, 2L Ta, ORI BIEF I
<, FERLE T D23 orthorhombic symmetry T
BELPTHEDT, 202 L RBEFCEBELEK

4.3 BN(GANEFERHOEMFEEE, MRHOAE S
134X 6X8mm EEIF4X6mEALEZTLTE
D, dmnx v FiXaBH M, 6mmT v FI oS
MTH5,

2 JFADIEEE % & D INFGERE T~290°CTEHEI 3
B, w4 7u- VA4 ViRBELIZIUD, hbo
THO LS 2EIENED S (M4.2), ZLTE
WZEBUS50°CLL E T I DIl fBizigz Tt L E5, 2
DRRITHENTH L, TOERIRED LS 2
ZERRBELTWD, 290°Ch 5570°CTIRAERE
HEFESTHDE, LHL, DL 2N EAIZ
570°CLAE290°CLA T TIIFEAE L 72\,

290°CLA T Tl Z0EABKRE SN, w1 70
VA e %, BN(La)N, BN(Gd)N D i
BBNNERUYA 270« VA YBHoTn5,

422 =470 U4 DEE

ZDYA 7T YA I all G BN #750kg e cm?
DA MV R EINZ, 300°CALIC I L 7o B H 1T 5
WL, MoBRLCEedHKkE, 2
VERE®INEZE L 12 FETH %, un-doped BNNH
RE~A 78 « VA UVEFE2ICWMD B L
Hiske72%3, BN(La)N, BN(GAND <A 7 a4
VIRV L idHER P oz,

4.2.3 BNN, BNLN, BNGNOSHGHIE & &

UEE

OSHGHIE

HEROETIZR4. 4RENT W3, He-Ne
V=PI YAGLU—VOEBEEEE NI DR
EPHRBETALODICREESNTVWS, 27D
YAGLY —% (£ ; 1064nm) H3(6) & (7D R E
BNz BHFRDZEBERITHe-Ne K UYAGY —
POV ThorUbHIEINT, VA7), 1)
PRHODTQAA vy F 2353 I L #HlERZB
IRbil, YAGY — DIV F - E— R ASS
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N = L | —
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b : —

@ @ e 060 B®O0O® O®O® ®®
@ ® ©0

X4.4 SHGUE—LERHETIEBO 7Oy 7 « FA¥ T I A

(1) He-Ne laser (2mW class), (2) Nd: YAG laser (§W, CW, 1064nm) (a) mirror (R=1009%), (b) Nd:
YAG rod (5mmg X 74mmlL), (¢) Q-switch modulater (rock crystal, AO type), (d) mirror (R=97%),
(3) band pass filter (T=75% for 1064nm laser, SD25-1064R, Corion Co. USA), (4) diaphram (5mmé
hole), (5) polarizer (rock crystal), (6) diaphram (5mmg), (7) single lens (f=200mm, T=90% for
1064nm), (8) heater furnace for sample, (9) sample crystal, (10) sample holding tube, (11) band pass
filter (T=50% for 532nm, T=0.001% for 1064nm, P10-532R, Corion), (12) single lens (f=100mm,
T=909% for 532 & 1064nm), (13) glass filter (T=80.2% for 532nm, T=0.44% for 1064nm, IRA-10,
Toshiba), (14) glass filter (T=79.3% for 532nm, T=0.14% for 1064nm, IRA-05, Toshiba), (15) Si
detector, (16) dark box.

R: optical reflectivity. T: optical transmissivity. For example, 1064nm: wavelength of laser.

E—Ahk L THWS Lz, phase matching tem-
peratureDEIFEIZ XK Y 4 Z7OEEIHF v S i,
PN EEML TELN, RETO)EELT

BARM S NIEYAGY —F D E—ARY v 7V
DAl % > TER T 5, ASf LV — 9 OIRIE
kel (dss) 20, BEH (day) WFETTH B, BAK (5
da) DBEEBC s aNs E, BREToo Ly s b

urismand, M50 [2, 3] 3FEGE
SHEPQw) BmLTw%, LT, ZHIEBNNE
e E BT 2 A E—ADEEE(w) CBRL T

Wb, e BEEDOHEERE, 8.85X107*Fard-m™
(MKSA unit), d ; FEEIEFEREL - OIEGE
HERBIEBERBEERCRITEb 2T T, 3

WD T >V VTHRRENS (jk), # LT, Klein-
manDHEHNIC & - T, dijk=dikj& %D, dijki

diGk)=dim, m;1,-+,60 dss £ dgx £ W E T TRRD

T, SHGHE (BEH; 2 ) OREFRIZ A
ThY, AFHC—L20EE AL izndLb—%
Ly, SHGHEIE 3dss, dpBELTB I b
720 daeOFERIZEL GRS N TV D, de: FEID

SHGIEHI<, MELL-@mEL2 b > TWw5DT, &

ZWiEm& ol SHGE —4 (532nm) iHE
BTbEHsN, BEELSRBEL WL, WV

{ D OEE Tphase matching L7z (4.6), &
BWOE—7 NI T 2IREBNNTIX119°C,

BN(La)NTix120°C, BN(GAN TIZ158°CTH -
72o BN(GON O EMFIH 2 DI THEE D K
B, B0V A4 ZRFFREBMUZDT, RED
SHGHEE (2.266W) % b DFHIEBN(GAN T,
FHNEOIEE (0.144W) % & DEMAIZBNNT
HEEHETED,DED, Lak - GAIZSHGR)
RUBEREE b6 T EWETE %, SHGE
PR ERD D701z, FBE L KEE L 2HE
U7z (584.3), ASIE— 24 (fundermental wave
beam) D/¥7 —» 5SHG beam/SV —~DZE#HE
M (p=PRw)/Plw)) #HE L, #L T, 5E
B & IR 41TR LTz,

@phase matching temperature

4. TREROBEINEOFESHERL TS,
b L, ne2e) 22610 % L i 6, SHG®D
phase matchingl34$ 2%, H4.812 L1, n.(2
@) X150°CT2.26TH 5, Z OREDMEIZE4L. 9D
BEMICIFIZ—BLTWw2, dp & LTl M
RENL e S ai A BT 2 A E—L
£, 1064nm) 1X150°CTxEAFED 2 w D B E L
phase matchingl 9 % (n.2w)) =n,(w))o

©F -2k

FENA s THRSNER (eff) i3 fundermental wave
power & SHG wave power & Z#ITE TR D 3
ZEEHERZ, 5eff=P2w)/Plw)) =2 (/)"
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ZATEANY TN F Y Y AT B

2
c(3) @ “
y N
/ 4 dss
6 (mm)
Ed b
8 (2)
[ a
(1)
c(3) 2w dsz
> .
b
(2)
E w
2
[ a
(1)
2
(E*)
pZa - P (E;“)u
] 2
pg w | o= . . » dag . . (E;u)
€0
pPie dat dzz dsz - - - 2-E;- Ee
2 . E;" . Elw
2 B E@

B4.5 #E&EE (e, b, o) MOB%, fundermental waveDIREN M (E“’) &£ SHG waveDIREN 51,
w, 2wiERZBREBERTH D, EUC L VBRI NEEONE, JIERILEEE, ol BEEDEE
T, APNIMKSABM TERINT S,

wzdzlzn_ax(P(w)/”@g)Sinz (Akl/Z)/(AkI/Z)Z, 4.3 BEBErRHER
Z 27T, Plw)itinput power (1064 nm laser)T Wavelength
P2w) lZout put power (532nm), lidoptical path Sample
B - - . . R 1064nm 532nm
DFEFBOR S, 2 TR zeffective /s THFNER
IEIEY 7 7 5 —EENT B 2 b 1o k o CERERZE  DVN @ T0.4% 08-0%
BT ERD S 2 LS TE B, 2O SHESH Ry 2% 28.0%
- V= ° =T BN(GAN (T) 72.7% 56.6%
RESIE, V=T AT =BT, RefheE A R®) 23.6% 15.8%

VA SRR R P NI N
NEZRAERE (T 2 EDWRL BT TEH For example, 2.1% {=100.0—(70.4+27.5) } is the true
%o absorption due to the BNN crystal block itself.
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(W)

Power

ERMETERREE Fe75

o
E 03l BNN, dsz
g
>
s
0.2
119C
0.14
0.1 Z [
0.0 1
23 100 200
Temperature (T)
B4.6-1 BNNE&&WHIT A NG YAGY — VP OBREMHEES,
120C
0.6 — 0.601
BN(La)N, d32
0.3 p—

0.0 | M

23 100 200

Temperature (C)

B4.6-2 BN(La)N#ESEONGYAGY — ¥V OSHGEEIHES



=4 TN T A F N YD AEY 255

BN (Gd) N, ds2
158°C
2.26
2.0 P—
£
2 1.0 —
(=]
o
0.0 L [ [ !
23 100 200
Temperature (C)
X4.6-3 BN(GAN#HERDONGYAGY — ¥ OBEARE S
#4.4 SHGEWEE (=P2/P¥, d 2B7 %)
Sample BNN BN(La)N BN(Gd)N
Observed value 0.15%107%9% 0.62X107'% 2.30X10"9%
Corrected value 0.21X107%% 3.16X10749%

In the observed values, the absorption of optical units are corrected. In the corrected values, for example, 0.15X
(100.0/70.4) =0.21 (see Table III).
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2.3 -

Refractive index (n)

2.2 p—
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Wave length (um)
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2) A. Yariv: Introduction to Optical Electronics
(Holt, Rinehart & Winston, N.Y., 1985) 3rd ed,
Chapt. 8.

3) Eds. P.G. Harper and B.S. Wherrett: Nonlinear
Optics (Academic Press, London, N.Y., or San Fran-
cisco, 1977) Chapt. 2.

4) M. Shimazu, Y. Miyazawa, Y. Mori, Y. Uesu and
J. Kobayashi: Proc. Ferroelec. (in Jpn.), Jpn. J. Appl.
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2.40 T T T T T T

Refractive index (n)

0 100 300 500
Temperature (C)

B4.8 BNNOEHE (n) ORBRERFNE
(XJ

OPTIC AXIS
(OPTICAL BIRADIALS)

nw

1Y a

4.9 ¥ 2§ [E i Esurface model (orthorhombic BNN#$ Z Omodell2## § %, 2 Omodelid B & o
T E N x, v, ziOCFEMEE, B RO RAOEITEE S O) ORIGTE AT T
D, BbLBEOE BAOENEE L) ORMHFMIZACTFTTH S, (Biot-Fresnel's rule)s @ b,
cIZBNN D &4,



I BT T SR

HE6TH

5. BNN-BNRNRBEZARDBFFE

51 F L &Iz

BNN-BNRN (R ; HL8mE) REGEEOMH
ZeD HIIZBZ2O M BNN O B S 5 BT
37912, BNNO* 2 — 1) —BE TOXRBEL
ENELTERBERETL 12002, Lnl,
IS OEEEPETFHES TR T 2 L
Hiznsd l L2 @BRCHER L, YT, 20%0D
EERD X R & 2 S OMgE, HEREOME,
gz, IO OBEEEEFERELIIEOESR
EEME, BEFRESOWREB I 2572,

5.2 BNN-BNRNXREA®K

BNN-BNLaN3%, BNNdN, BNN-BNYN%[H
BIEDE T Iy 7 « 7Ok, XEKL2s
HEEOWSE, FERE, FEEREL 2 RE0N
WHIBE LTz, AT 2 ONE 25,

5.21 BNN-BNLaNXREEHF D X &EIF

& 3BEOWMR, FEiHHE, PEREHE
DFFR

(O BNN-BNLaN:®EZEEDFHEER

BaCO;, Na,CO;, Nb,Os, La,0,Z0EHED
FERSE 2 #EA L7z, BNNOBFRKIC iZBaNb,O,
& NaNbO, /& (800°C) TERLL, ik 2 .
1 DHFWCEREGL, BRETTVARE L TFEK
R T1200°C TEMLEE L TiE - 7z, £ 72, BNLaN &
BaNb,Os, NaNbQ,, LaNb;O,® 3 Tt 2> 5 Ba,
NaLaNb,; Oy DA IC 5 X 3 ICBEL 7L R
BRELL T, ZERFTCI2000CTERILIE L T - 72,
IS 2FEEOY AN BEM I HRICES
10 X50mmD K E S 7V ARB LT, EETT
1200°C TEVILEE L ¢ BNN-BNLaN % Bk >
PN EE ST, H N OB FES LT
T YTV OBEEERTRY B ot AL
Jer N EREITIR T, BNN, BIL1, BSL2,
B7L3, B6L4, B5L5, B4L6, B3L7, B2L8, BILY,
BNLaN,

@ X#REHTOHEE

RO OB T XBREFTORES Th i

#5.1 FBHER DSt

flowing gas N,
soaking time 5h
maximum temperature 1410°C
heating rate 100°C/h
cooling rate 100°C

(H5.1), ZOHEIZBNN-BNLaN &322
HoCHEBEATERT2IEE2RLTWS, FL
T, BNNELFEgES v 7 AT -7 urXMTh 5D
ZErTILTnE,

® BEIEFIOWEE

FEOMERES G A p s BREY VS
Ao (4 X3 X10mm) ZYIOHUREL 72, 455F
B Z OIEPTEIE XA & 17z, InGa-Nids
EEBELUTERA L, 2LT, 0.16mdD HEHE
HEMICEET 3 D= pBERA SN,
BIERRTH»5500°0CETE, RTHHTIKED 2
DDREBEEETE 2N, MEOEBEES T
1EPt-Pt (Rh 13%) BVEXS, HBEFEOREFIRT
1 Au (0.07at%Fe) -7 0 2 VEVEST SN IR ERIE 2
FEA &N, BIERRIEES . 2R), OITRT, 0
& 5 12 BNN-BNLaN R 80k 3 5 (19 70 44 S 7
FEAORERRLTEY, ERE BRI e
FERINIZ,

@ -~y 7 RBOBEE

BNN-BNLaNF 8 D CHEICHF 2 5
iz, ¥—~y 7 FEBOBMEET o7, BE
BE, BREEE, KUBESEHOMEDzDIC
fil—a Ry oy VEENN I OEERER SN
Joo BIEHEB EEBE DY > 7L« RV — L%
BRNCHGT 22012, ZrO,DXe T I v 7 7
b (12X12X 3mm) % Z 15 DENCERA TS,
HEWRAW S MY > v i ERER Das-grown
sample» S5HIDH L, 104 X 10mmiZKE & iz b
DTHDB, €—_y 7RO BEIL50K2 & 200K
X COREHEETTLN, Y AV REERO
F o TENVICHEBEN, BEEE~10*Torric &7
nize, PIEMBRIZES.30), MImaEnTnib, Z
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002
150

240
222

Ww UL
e L)

%

BNN

BNNO.8-BNLNO. 1

BNNO8-BNLNO.2

BNNO.7-BNLN 0.3

BNNO6-BNINO.4

BNNO.S-BNLNO.S

A BNNO.4-BNLN 0.6

LMM\,M BNNO.3-BNLNO.7
U stk BNN O, 2-BNLN 0 8

Lo Atle 0.1-BMLNO.9

sl BNLN

B5.1

DEFIHANT, FLOEDEw s, D&
D, BEETUTn L ¥ —~y 7 HZE nega-
tives» 5 positivele 217 %, Z DEALT 2 REH
FEIIAERC & o THAE S 53, KIETOKD 5 140K
ThHbd,

5.2.2 BNNdAN (Ba,NaNdNb,,0;) & X#&IZ
& BEDOHE, FEISE, REREHE
DL

O FEMER

BaCO,;, Na,CO,, Nb,O;, Nd,O, D E#iE
& — % ERHC L T, Ba;NaNdNb,,Ogptc 78 % & 9
WBE LT, +oRBREHIZA LE, 800°CTE
[P TEIEL, ZREROTHTREHEEAL
Tofe, BRKIET106¢ X 50mmic fRE L 72 D % 1200°C

Ll
2 7 2 17 22 27 32 37 42 471 52 57 62 10
CuKa 26 (Deg)

BNN-BNLaNREGHO X $rEH/ 5 —>

TZHEEPFTCEHME L TER S %, Atomic
absorption spectroscopy TH#T U728 Z 0
%13 Bay o, Nag s Ndo.gs Nbyg.17030.00 & HRIE & 172,
Natiipiz D A7 {7 - T 505, RIBOBEFE TH
FLI:bDEBbhs,

@ BNNANOD XD 3 7 —E# (hkl) ORE

BNNAN powder® X #RBEIHT O EIE 21T - 129,
FORERERS. 58 R 3R T, BIROFEERSY >~
TATveTuryAtEE (HM5.4) b->Twd 2
ENG oty YT AT veT 0y AEEDOBNN
O X BT & % BFSE 1 Jamieson < Shimazu
SN ;o TiThiz, BNNOXREFT <y —
EES. 6 E S BITRENT WD, I HDRER
WSS X3 IWBNNEBNNANE D F—%
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ERM BRI REE  H6T5

T T T
v BNN:BNLN = 0:100 (mol % ratio)
o BNN:BNLN= 5: 95 (mol % ratio)
© BNN :BNLN =10: 90 (mo! % rotio) A
7 4 BNN :BNLN =15: 85 {mol % ratio) a
1O} = BNN :BNLN=20: 80 (mol % ratio) .
v BNN :BNLN =30: 70 (mol % ratio) A
o BNN:BNLN =50: 50 (mol % ratio)
o BNN:BNLN =70: 30 (mol % rotio) A
4 BNN :BNLN =90: 10 (mol % ratio) R
108 N i
[ °
F:S ] °
]
A (<]
o
[+]
10%r . ° .
[»] - v
=]
2oee vl
° OAA e v v @
E 4— [- 2N ua v v w =
© 10 S AA oy vV B ah o
..g Oo A na v e A a 4 o °
S o 48 v =2 & ° ®
. oAA av oo. ° (]
o v o o
.*'i: 103' & v;? o ® N
= o oo
E A v mg 300
8 g° 2 8 Y
= V.o o
102_ v & " N vv N
4 o8 v
& ° v
nA':dP% v
(=3
10'F -;Z& LT i
vV
v v"‘Wv
109 v i
-1
10 1 i s n il X 1
5 10 15
-1
1000/T (K™
E5.2() BNN-BNLaNFZFEAEOBREIE (ERIUT)

BWIEFICRSBTwS, BFEHR (a~Db, ¢)

BEETALDIIDDOE— 205y T TS
L7z, &9, (150), (152), (280) #%a, cH#h®
HET2DIHEIIN, TOEETTIIERE -
FrEEL PHEL CiThhiz, #LTEIR, 200
BROE—7 ; (192), (392), (354) #FAWwT
a, CHOFELWERRELL AFEDNESE ¥ v
U7 v A MBI, 99.999% D Sidpowder s’
FAwsih, BNNANOHFE#H 1T a~b=17.
6332A, € =7.8579A & HRE & L7z, BNNAN®D

(hkD) W35 4R ENTWE, ZIWRENT
WARECHEEL OB T TH D,

BNNINDBEEEDBEEMREEIZLF A > E—
TR T F T AV ko, BEE KK
T0KHz TiT i1z, BIE 1E80K 2 &5 TTOK DR FEHE
BT, Z2OBEREIES TWWRanTw5, 5
BRII~24KT7a—Fir—2 (Tc) #7571,
CNITHFEREERRETHL EEZLOND,
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60 (mol%) 40 (mol%)
50 (mol%) 50 (mol%)
40 (mol%) 60 (mol%)
30 (mol%) 70 (mol%)
20 (mol%) 80 (mol%)
10 (mol%) 90 (mol%)
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#5.3 FESIIC L 2BNNANOMHER
Element Ba Na Nd Nb 0
Before synthesis (mol%) 3.00 1.00 1.00  10.00  30.00
After synthesis (mol%) 2.92 0.57 0.91 10.17 30.00

T T T T
v BNN:BNLN = 5:95
8 BNN:BNLN =10:90
v BNN:BNLN =15:85
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g
=
\.
>
=2
v
d 2_ vvvvvv‘b -
-0 s "W?u%"ffgf
5 v Y,W Ango o° w E‘!
:f‘:'). v vV K :‘,93
HQ—). v l- A
8 g v " o?’A
Vv\7 v® %
X v 2 Pl
3 - A
810" ; ° .t T
[¢b] v ﬁ
w) o A o
v =
° A
" A
100- B AO o 4 -
50 100 150 200

B5.3() BNN-BNLaNFRFEED ¥ -~y 7 HRE (EHHELL)

@ BRIEFEAEZE

as-grown BNNdN & 5 2 w7 Z#N,H A F T
H400°CTRIIET 2 Z itk - ¢, FEEYy 7
WV EE D T2 BIEIZIE10X 5 X 2. 5mmDE Y >~
IR, 4TS ER SR, InGa-
Ni alloy#3ohmic contact® 72 ¢ &ICH WSz,

(Au+0.07at%Fe) -chromel Z4E X 380K »» &
2KOBEIFIER s iz, BERRIZNS. SR
T Z DOFERIEBNNINASELEI A 20 41 Sl e AR

THBHZEERLTWD,

® Y-y 7 {REEE

FHEBNNINOESEZEEBEIC DWW TE
information & % 7z H 2 v —~ v 7 BEOEE
BT oz, COPRBITERH a iz > 7 i39.9x
10.8X11.6mDKEXTH o7z, ¥—v 7 {RE
BB v Ay v VBVENER s L,
HEBEEELIS0K 1 5 273K Th o7z, E£72, W
YIVEMEBERO S T v icEBE S A, ~1072
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v BNN:BNLN= §:95
@ BNN:BNLN=10: 90
v BNN:BNLN=15:85
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EEIR~IKTH o7z, ¥—~y 7 RO EE
BRIES JICRENTV S, 2LTIOKEER

BNNAN$E A n-type TH 5 2 L £ FL TV 5,
53 B b V) (C

Ba;Na;Nb;;Os0-Ba;NaLaNb, 0% Bl 4 &
Ba;NaNdNb,,OseD & 7 2 v 7 « > FLOEK

WEEEHL, BNNXEUF Y7 AT Y - 7Tr >y X
BoNODTH 2 Z ERBAS IR ot, F LT,
WAREMSED L OBRERIC D T ElghoTz, &
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#5.4 BNNANO X EH 7—5 (a x b=

17.6332A, ¢ =7.8579A, A(CuK w) =
1.5405624)

Peak  hkl d (&) 26° 20 UL
No. calc. calc. obs. obs.
1 130 5.5761 15.89  15.85 2
2 240 3.9429 22.55  22.56 30
3 202 3.5888 24.81  24.72 1
4 150 3.4582  25.76  25.69 36
5 222 3.3239 26.82  26.76 4
6 132 3.2118 2778  27.70 64
7 440 3.1171  28.64  28.56 10
8 350  3.0241 29.54  29.46 88
£54 FUTAF Y - 70y ADEHY 9 600 2.9389  30.41  30.36 32
10 242 2.7831 32.16  32.07 100
2.50 11 152 2.5959 3455  34.48 21
BNNdN ¥ 12 460 2.4453  36.75  36.73
i 13 370 2.3154 38.90  38.82
= . 14 080  2.2041  40.94  40.86
&? 1.251 15 280  2.1383  42.26  42.18 15
= 16 660  2.0781 43.55  43.46
AIEE 17 372 1.9948  45.47  45.39
l 1 1 = 18 480  1.9715 46.04  45.97 17
L= Fals 19 004  1.9645 46.21  46.14 37
200 20.00 4000 6000 70.00 2 282 18782 4847  48.38 5
#5.5 BNNANO XHEH/ 5 —> 21 390 1.8587  49.01  48.92 15
22 662  1.8370  49.63  49.54 12
2,00 - 23 0100 1.7633 51.85 51.78 33
BNN | 680
24 192 1.7447 52.44  52.36 18
A 25 154 1.7081 53.66  53.55 6
x 26 392 1.6802 54.62  54.53 10
g Loor 27 444 1.6620 55.27  55.18 2
JE 28 354  1.6474  55.80  55.70 19
T LT 29 064  1.6332 56.33  56.27 4
e h )‘ i 30 0102 1.6087 57.27  57.18 27
2,00 20.00 4000 6000 70.00 682
i o 31 592 1.5700 58.81  58.72 3
#5.6 BNNOXHREF/ = 3 880  1.558 59.20  59.18 2
33 790 1.5465 59.80  59.71 5
700 3110
600}
500F o
\D— a
400F ®a
o
300t Pog 5o o
200 I ] i i 1. 1 i
0 200 400 600 800

TEMPERATURE (K)
#5.7 BNNANBERSGOFEE (o) DREEL



« cm)

RESISTIVITY (Ohm

=FTENY UL - F MUY AT B

T (K)
250 200 150 100
106 l Il LAY [ { 1 1§ T [ 1 1 14 1] I T
105 e °
©
104 jm
o
103 f— °
[:]
102 — e
o
@
° [
101 b 00000 °
I ] 1 | 1 1 | 1
3 4 5 6 7 8 9 10 11 12
1000/ T (K-1)
£15.8 FEABNNINOEBZIETEOBEEEL
10°
o)
~.
=
3
[+
| oog O
£ %o, oo ome® °°°
@: ] (-4 [ 3] ° .go 0o o 000
) o o
[
5o
) 10% b=
O
e
O
st
M
=
=
n
101 llll]llll!llJIlLllLlllll

100 150 200 250
TEMPERATURE (K)

(45.9 FHEBNNIND ¥ -~y 7 REOREZEL
31—



R ETIRFASREE H6Ts

#£55 BNNOX#HEWHFF—5 (a = b= > TEL B> Tw L L w ERADEEH L 72,
17.59844, ¢ =7.99714, M{CuK o) = [5.101 BNNAN £ BNRN (R;La, Y,Gd) &
1540598 A (Hubbard?)) DFELIEA DA A v EEOBME LTDTe

Peak  hkl d (&) 26 /1, ZRLTWS, I DdataidIwasaki BEFHE L 72

No cale. cale. obs. BNRN O Tc~ionic radiifidBIfE % EE L T
1 020 8.7997 10.04 3 3,

2 220 6.2224 14.22 5

3 130 5.5654 15.91 8

4 040 4.3999 20.17 2 200

5 002 3.9986 22.21 19 150+ @

6 240 3.9354 22.58 12 100k

7 022 3.6404 24.43 1 §

8 150 3.4515 25.79 35 - 50r

9 222 3.3639 26.48 16 Tk ©

10 132 3.2474 27.44 91 o

11 440 3.1112 28.67 5 -50r N N o3t

12 350  3.0183 29.57 100 ool 0

13 042 2.9592 30.18 24 088 0.92 096 f, 104 108

14 060 2.9333 30.45 29 IONIC SIZE (A)

15 242 2.8048 31.88 83 " _ B
16 260 92 7897 3214 31 X5.10 BNNdN}:BNRN@/f AR L BFERES
17 152 2.6128 34.29 24 ‘(Eﬁfﬁ (TC) bt @E@{% (R :Y, Gd, La; 725?3?(@(
18 442 2.4555 36.57 10 8)

19 460 2.4406 36.80

20 352 2.4090 37.30 3

21 062 2.3651 38.01 5 £ £ X B

22 370 2.3109 38.94 7

23 362 3'2841 39.42 i 1) J.S. Abell, K.G. Barraclough, I.R. Harris, A.W.
;é 228 2332 igg? 12 Vere, and B. Cockayne, J. Math. Sci. 6 (1971) 1084.
2% 462 2 0832 4340 2) M. Shimazu, N. Mitobe, S. Kuroiwa, M. Tsukioka,
27 660 2.0741 43_6()] 4 and S. Tsutsumi, to be published in J. Mater. Sci.
28 570 2.0459 44 .24 Neg. 1989.

29 372 2.0008 45-29] 97 3)  A. Magneli, Arkiv Kemi 1 (1949) 213.

gg 223 igg?{? iggg ) 4) 1G. Ismailzade, Sov. Phys. Crystallogr. 8 (1963) 351.
32 994 1:9035 47:74 Neg. 5) N.N. Krainik, V.A. Isupov, M.F. Bryzhina, and A.
33 289 1.8828 48.30 I. Agranovskaya, Sov. Phys. Crystallogr. 9 (1964) 352.
34 134 1.8816 48.33} 3 6) K. Masuno, J. Phys. Soc. Jpn. 19 (1964) 323.

35 390 1.8552 49.07 10 7) B.A. Scott, E.A. Giess, G. Burns, and D.F. Okane,
8 662 1.8412 49.46 10 Mater. Res. Bull. 3 (1968) 831.

2; ig; 1;222 212}1 2 8) H.Iwasaki, Mater. Res. Bull. 6 (1971) 251.

39 630 1.7600 51.90 9) P.B. Jamieson, S.C. Abrahams and J.L. Bernstein,
40 0100 1.7600 51.91] 31 J. Chem. Phys. 50 (1969) 4352.

41 192 1.7480 52.29 6 10) M. Shimazu, Y. Kubota and S. Tsutsumi, /. Pow-
2 154 1.7300 52.88 6 der Diffr. (1989).

43 5% 17094 53.57 2 11) CR. Hubbard, Nat Bur. Stand. Certificate (Feb. 19,
44 392 1.6829 54.48 8 1982)

45 444 1.6820 54.51 Neg. :

46 354 1.6668 55.05 24

47 064 1.6520 55.58 6

48 264 1.6237 56.64 8

49 682 1.6108 57.14 14

50 0102 1.6108 57.14

51 592 1.5718 58.69 5

52 880 1.5556 59.36 3

Neg. . Negligibly weak.
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6. MREEMEET I v 7 ZADRLF Db

RREHEE S Sy 7 A& LCREMEER, <
VHVEHRT 2T4 N, FI VBNV YL, BE
HEREBNEEL, FNENOBEICIEL TER
FNAZADORTEHEN TS, FIziE, ¥~
A oY FIARDES Iy 7 A, FEky
TIvIAVTFUYPEREEN) A BEEELT
FlHanTw3, "2 oROBESHEE IR
BEL TWw3 728, Frankens? & AR S 93 4HHT
EFHEME Y AW TRFORE - s o i
LTWw5b, %7, Park s P BEBEREOHE %
bz, HROBEMNRETVIZDODWTEELT
Wwa,

LA L, SITIOIZE S 97 2 & o fr SRR+
7 3y 7 ADRFROEERHEE < 7 vl B
B EDEIITHELTHWED, H5WidHR
DI 7uBEZTOLONREDLICE>TnS
D, WWOWCHoRFHERLINTHS EiFn
Ziwv, 22T, MAHIEE S 2 v 7 A0
OB LPHEEDOEE 4175 L TLELHE -
R C BsEEE OB RO MZ TS 2 L R HE
L CE L, v ERy 254, FY
o) o L, RICEER EICOWT S 7 ofEEs
5Tz,

ARG T, 20PN SIS TIORE T & v
7 A, MAOEBECOWTERE L

7)8)8
b)o )8)9)

6.1 KFBEDETI

EFEINCHAR LT FANCEZ THZ W,
fui, E—ofEEs e, BRSO H
MBEWICEL? 2 DORBHENTFORIC T &7
REeLTEHREI NS, 208, FATIIERD
BB S D s U ASERIC R D, TR,
BFHE, KEBESKRKELEELZTL, 2
NOOBEIL, HMARDI &R o TFREN
EFTRY, 22 R0WhO3NFEESPEREND,
HAREROFEZERLTUDEZ > TWE b TR
2, RAPEFERICHIT 2 TH L Z &
5, R ERAEEEEAE T, MAESFALE

BECRREEEINSE 2 WS wn, 22T,
TEM, STEMZIZ L 2BHEFER -2 5% 2 T,
BEORNSH 5 L BbN 2~ HTEFE
T A=FLUT) OFSGER R &N, K
AROFEDSHENH - EHBEF L o ETHA
%, L ORWESERTER LS LT 5,
611 ETLANI~HhLDOHE
HROREE 2 EEMCIBRT 2 121, “Hho
HEROBEEE2E2 % L v M6, LIcERXE %=
9, I, 1 DDFEREFESCUI L, &M
PUMERCS S 1 D0O#MEHLCLT, F1L7F
NEEY —eFTHEEEL, &S Ey 7 YIkTE E
AT (6=0) W2k B LWV ED, BUESL
TR TELRATH %, T ORFIZERRR
(tilted boundary) EFEEILTV 53, [EEREE L
T, UMECEE L #MZ2ERE, RULER
(twisted boundary) M TZ %, HIZEARKA T
HBH, FREM (BB TiR LTRT,) 2EAT
LWLV BTIEFOIAT 4w b E

(a) (b)

hE»IcHEET S Lk 2 HOREGEDEE
L BRF O, @A, OESH, bld/x—
B AT b vy ZOHBE, EEBROFREIC
WWHREER (LTRT) BERah5,
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M BRI EE

BRHL Twa,

—fic, RARERET 270101, &I Zo
DRIFOIEREEOREE, ZOoWENTILEAL
hf, RURELEZOEEOETFOEMLED
G DINT AT —DWBETHE, TDIDeT
DORFROEE R, EBRY - ERNCHS»IET 5
ZrRHEECHETH D, BRTIE, @B
WL THAWwWsNTWwWE a2y Ea2—FY 3ol —
YarRIGHTAI LY, HIRNERBORE
EA S DRI OV T DA, BRI ER
f%%ﬂfbl%m‘lg)o

BN A TICBU 5, AEO=18. 4L DMEAN
RBEADOD R SFRTH D, ZFOENFELL
FROENT B2, M. ACFOBEETRT, 20
&5 ARG 2N L E RS, NI AR
(Coincidence Site Lattice theory) *VT#H 5,
ORI, €TV 88— Eo N5, 20
BEICHET 2T T L8 — 03, #BFE 5 I
D& 1 {EORFEN—EH LTS I s, S50
IR EFIEN T WL B,

X6.2T, F&ToORCEESNEZERTEO
EIDR) LBEEELAETFA (@F) 1%, Sl
FRIFEBES O T A EE~_ET Y, Lind, 20
2HBA A VERTEEICASOER 2R > TW»
b, FD, A4 VFEREBOTE, ok
ERER, 1 FVEO —u Y REHIZLEY, o
INFE—HNCTREEICR Y, EEOBERYIMSE
%, ‘

B6.31%, NaCllkDowTy ialb—ya>r LT
Boni, BEY L LSSHSKAZRL TH
52 RFLUCIE, ERERIZ O W TIREFOI U
A 2 RET & 58, RAECEERFENCD
WTREAERERETE RV, TDD, LDy

B6.2 BMSTHTRFICBT S 0=18 4 EARN A
HLDOSEOKFADI b 1 HFEFNE %
FEL T2, MHOQ TR T SO FERE
ftl DA% ma RIRERE i L~

675

Salb—yarTR, I7EHERALTVS,
MofERIE, A4 E2EMLEY, AR/ DE-
DT, TANF—RRNCTELID L TH
SNTRBRTHL, Ibhobhrb L, 414>
FERORTIBEMOZ WigEE L > T 3,

HEBESHE S BT, BT AaES
Hilew, RFUWCT 70 7Ry RSEET S
ek, 44 UEEHEEEY LR, BEE
DHEVHFHEE R L > TWwd, INSHLT, &
BT —ua v bEE0AMEOSIED v
ZEDS, MROEBEZENHCEICZ-> TS
rEZeNDE, LENST, ¥F 3 vy A0RR
DOFEE, BEOZ O EECH2L0w2b, IO
ZEE, ¥7 v ANRAOBERFE RO S
Friz, BEEIE, Mobility edge® X3 55 v 74
FOEPABHEL WS ZEIZRD, FH#EEI W
I EEBLL I EBNETHS 2,

K6.3wRohs &> kEEESL, 71y
ABEREIRSET 1 IRTTHY e F v 2V BB L, BIFR
TOWE L »YVERE R REL, BTRIE, TH
MODARCRE S HET 5,

6.1.2 RFAEBEDOHEE B

RMEERDFEH I DT NaCl 2 iz > T
2% (H6.4), &, RELEL ONaZ REHKE T
L, REOSEEHELICTE S, FALNTEEHL TH
e RBEERT 2, LichSoT, REE{ES T
ANE—ELTCE, 14V 2FHCBE TR
F— L BENICHELR I INE —OFIC %, FE
DI EBCLZ2WTEEZ S,

BU6.40D & 512, REGDOERICHE R T 2V F —
IV NE—-ETHE, NaDZ ¥V E—&
Cloxzy Ve —DREIFHFELL B, FO7
B, ZOEDLSHhOREWELFICERENS,

63 YIab—variZi-THEsN7=NaClD
S5 ER RO REE, @ Nat, —1i3Cl- 2R 7,
6.6 2522 E2ED, A XL DORHFHR
LD AT EMOLZ VLB > TS Z
Elbh b,



A TES) A F M) T ARBET B

= b o - kRN

NaCl Surface

Helmholtz®D H = A V¥~ F+=F~TH %12 C (VNa) =+ C (Ve

KRN oA 5

TR 2 ST A o HRBEAE SR s 5

6.4 NaCIORMEERD A =X

NaCloBEWE, NaD T ¥ L E—Nk&EWnwiz
», ClORIEIMERCER S N, FEICIECIA
FEEL, REIECRREOSHNTE 5,
4 & UEROES, A4 VB R TWwE R
5, ZODADI, REICEMBRBIEZK
b,

B, ZEWET2IETHLH, FAfERE
ZPRF R L CHOEATE 2, Bicadiriz L
W, RFIEEEOL SR & DA O#EE L I
FEoTwaich, HbAF Y ERMICE R
KELHT, THAVF—BES Lk b, 5,
BIID L 5 sMERE 2R %2EZ25 L, T4
VF—ZEEE LT,

F:]Tn+@nh+n4@H_

+p(z)p(2)]dz—TS,
DEHRFERE D8 1HE, T & REEERA
DHORFCREIAT2ORLERI I NVE—TH
n, E2MEE, FTHEFBRIZHE VT —
ThHd, FIEE, HESMcLb e >BEr
fo P —TH 5, BOE, AL oMEROFL
ETTDe 2OEED I I NF — (NI LRIV .
IANFE—) RREXT 3 L5 %, RO
DEBOWATERINDS,

6.5/, TOBHBEIANE —2BATE SN
DAETHD, TORIE, 14 EEERTELE
DoAY FUTERBFIMLIZRC DO TORER
TH22, FO LI KRR TIEA Y bV T L

(%)

ety

i

R h> & i

6.5 Ce0,-Y,0:% DR FEBE DB ST Yceld

Ce¥ A bk ZEHUIY, V- BBEA4 VKR
faemt, RFARICY ML Tw b, R
S QIR E TV 3720, KRp &
3 nmOALE TR LT,
me, BEXRMESEAILTHWS (ppmTiEE <%
A= TH5), BREKXMEH, RPUHE L TH R
T L T2 2 ehs, MARRALD, &b
BRI DD B d, ZOERF/S
A—=F DBEVPFIZ L5530 000ABETH S,
ZD &, B HRWEREOSE 2 K%
mz 5 e, NROBICRTRENELT S, 20D
&0 R REBLETRR, HEIVIEV v IR
PR EERZ LN TE D, ZOBLETRFIE,
BUBLYTREETHL L FEaNE, i
DWT, EFERUTHBEL LS,
B6.613EE{LEESR NV R & DRIFTER O S
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6.6 Depth profile near grain boundary in ZnQO-
Bi,0; varistor.
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6.7 Depth profile near grain boundary in pure
Zn0O ceramic.
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6.8 Depth profile near grain boundary in NiO-
Li,O ceramic.

Firmyee, O, A —Y 2 EBEFSHDOT 1
FATOT A NVDRERTH S, RTFOEIFHIL0
umTH b, A—Y 2 BFHAETH R 1IRE
FE—LDEN).5umTH LS, 1 DORFED
BT BERESTL T E 2 Lk b,

BN TIEZnOZ 5 Zn OIZIT I X 12k -
T b, FIFATL T, ZnbOdb AL T3, —
7, BidRFIERL Tw3, R w» Lz
BT, Bk L, ASTIRBEYTIR 5,
BifRtiBDE X 13, 8L %F20~50ATH D, 6.5
DFERITIFT—FHL T3,

HTRENZ DX, BNTI1 1 0Zne 003K
RTH 1M1 THAILTH3, ZhiF, AT
FZnicit T 201k H 243, Bikkxdd 2055 L
TWBEIEERBLTWVLE, SHOBE»SE S
THRZEBETREIZLDZ2 EE 25, BikiinLk
W, MR ZnO0t T 2y 7 ADRFERLE, K
6.70 & 312, Znk O & - ¥ < T, fFIEETR
BIldanwI thbnd, LizdoT, Bidd s
WLV K o TRAROBILETKENHRE D,
WROBESWFECEER*E5252E20n5,

Wiz, 6.8 NiOY S 3 v 7 ADRADA —
VrBFMEORERBREERT, ®OZORBT
X, BT A0, LiSEImEn e s,
FOLIPHFICFERLTWS 2 8345 h 5, ME
T, NiEOIF 1 1 IR > T3, Zn0LES A
i, OPSRIFUL TR BNl Twa S
ThHb,0l05L 0 K&, NikLig7o L7fE &
DREWEERTRL TS, 20 I L, NIODRF
BB, L BRLTWS, Lo T,
NiODRFIL, ZnO& WO ERL Twd,

Z =Y 2 BFHHTHIT R D RF IR
W E o TRILRTRENELT 2L 51k 22,
BMZROXS 3y 7 ATIE, BENSEHED, T
EP Lo TERTGEIELLELT 20, A
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36.37 Tunneling current-voltage characteristics
of SrTiQ; surface, measured in the air
before thermal treatment.
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£46.38 Auger electron spectroscopy of SrTiO; sur
face.

EHWERTIH 2 IESTOBE N L TR
FoTERT S, 2O LRREFECEYD LI
KEWDHIBEROBEHIIC L > TELT 3 Z

EEHLTWS,

[EZehD b > 2 4%8]

BZeh CEHMIE L BB b v Ak E, ©
et RSN L DT BT ( b > 2OVIRER), O
UAT i 7o (S8R E8) @ﬁv%l%ﬁﬁbf:é‘z (b
Y AIVIREE) O3 DDRETHEEL 72,
C#Est 2 REICH L D F 2 BTORE

FRE RN AT 2 EAOAME THE LS
RER6.39CRT, EEHLEL RO TIX
N YA NSHEOEFEIRSFTIC L > ThEDEILL
D, v A S ABDILE LD EEV, 8T
ZMDOILE EBRDBEREV, LD KELo T, KT
DEPRERT ) Y APBEEENED, b B2
NEFEIIV,~26V, BIUV,~1LIVTHoiz,
CHEST 2 RECI Lo D R0 i

S 2506 .39 5 & S WZRBHTE DU 1oL
V’%‘I‘QE* 6. 40107 T, FEEHIFRIC AL Tuw

o OV TOEEBEMTRIVEEEA—3 v
7’(%%7’?, BENEWE AT S,
EBRIZEICBIETH b A NVEBRICHENTKRKEL
2o T 5 VEENIERIE I 4 5 O BRE R
RO E2FMLTWS EBbh b,

~100

6.39 Tunneling current-voltage characteristics
of SrTi0; surface, mesured in a vaccum
after thermal treatment.
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[6.40 Current-voltage characteristics of SrTiO;
measured in a vacuurmn after thermal treat-
ment. The tip is in contact with the sur-
face.
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6.41 Tunneling current-voltage characteristics
of SrTiO; surface, measured in a vaccum
after thermal treatment. Surface is pushed
by the tip to eliminate surface secondary
phase. (a) typical case. (b) superimposed
current-voltage characteristics: solid lines
show tunneling current and broken lines
are supposed to show transient regions
between tunneling and ohmic currents
caused by movement of ion on the surface.
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®6.42 Band structure and tunneling current-vol-
tage characteristics, which suggests no
acceptor level on the surface.
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[6.43 Band structure and tunneling current-
voltage characteristics, suggesting exis-
tence of acceptor levels on the surface. (a)

density of the acceptor levels is small
(V,< V,) and (b) it is increased (V,>V,
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X6.44 A model of movement of an ion on sample
surface.
(a) ohmic current flows via an ion
between a tip and surface.
(b} tunneling current flows since the ion is
away from the tip.
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BAL —9 — 2880 L T 2 NEARICHVS R
LB RDZ 13, CEC I VBERENT
w3, ZOEMBE, BRENZBERHOLE, Hl
FEBIUV IR N EZRENCHIETT 5 &, Czkds
HOFECHRTERTWE LD THEEEZS
N5,

LZ5T, BIUBEREEEERT 2 12hioT
V&, JEEGLORR & 72 2 RGO FE 2 IH T 2 2
ENbb, TDEIRKRMDS B, CAERCBIT 3
S, I ETEED 2 Vi3 EEEESAE T
2L x, RORMNBTRER L &, BEHEAE
OFRBECEL LIz L TR ERFEELRPTWV
EDEERIICEI SN T W B, ZFOFREREIIT
BEZZ EA3% <, Lichdo T, RIS HEST
ENTVWIRVRRIEH S, 2 THEPFRTIE, &
AR 1 2THhBALOICDOWT, TIEF
ERIFZTERERLSS L NI OZE L T
WZHETENZ I D THET 5,

722 HEELERER

ALOBEFEROBER I, £ TCERAEFEE M
L BCRRIC L VIT o7z, FEMAR NI 5 DITIC
iF, FWXA VYT LBEDIE (504 X50hX 1.5tmr)
BHWE, £, Y TT V2 DIZOREEEIZD
WTHRES LTz, EAEFIRE O 11771340k W, F&
RAWEEUZ100kHZ TH %, %72, EIREBORERE
i, BEERFIC L2 EEHIEFRIC L DEEIL, B
7.2.12, KRB THER LM AIOBKERT,
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723 BEIOER

1) #ifesALO,

BUEhC I MESN 0 ALO, (EE{HE) 2 H
vy, dton/edDESITREILIE, {1 VYT ALD
DIFWFHE L7z, FIEEE, BEL-BFORED
BaABA VYT LLZDEDOLENS 3~ 47
rEEBERE LI, BROREE, 2 DIFEICEH
EBLIr—40%Rh/IrsdE iz L D EIE L - RE
Ryt LTHIEL 7z 50, 6 ~12hr‘/—
Fr 7 UIE, BEREHRALL, Bl
FZH#WZ L DV ER L 72 ALO BfEd: (4 ¢ X60mm Q )
PR, SRR, 1YY ABDY— R
F—eviksvl, PLVIFEENLTY—F
F vy 7 WERE LT, M, FEOEE TH
XN SHR30mIinF O & 2RI L, B x+
S CERT, 5l ETERB LR, 6~ 8hry
DTER (hyFrr¥vy) BLUBEEH (va
V=) BB, EEERK X2 BEIHIEE
W& DERSERE L, S| LITEER, 221F
FEIRBEO/28 Lz,

nB, BEEREEE, TREOEY, B
R, S EUEER LU ETAMEEEL,
BEHKOARELEYE, ZTOE %Mﬁﬁbto

- FEIE SR EIEESL © 20rpm

« Bl EWHEE ! 4mm/hr

- BETAL DcHf

EHREFES  CN,+1.5%0, 2 £/min

N,+20%H,

2) Ti, Fe:ALO;DERE

RITHECRIZ TR O ELRE T 2720
ALOICTIO, B & UFe,0; % TN Z10.25wt%, 1
00wt%mztz2 v 7 V2 ERE L TEMRE
Tolz FRHEBRUA OB RS, #iEco
BHThH2,

3) BT TFrEOFEAGIALOBRE KD
BE

AV ALEDNZERDB50EMELT, £
7T 0RO EREI LY, BV T
5DIFD%E, BREHARE L TN ZHVS &,
EBRT3DIEOBENEZ SNE D, BREH
’E“m“x YLTArE_R—Xr L, FERRTHED,

DMELZEL S THEBEEERERAT,
@ﬁaa@ﬁz%[ : 20rpm
+ Bl.EUEE  : 4mm/hr
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Nek b, prw 1ROy

7.2.3 fERSMEEE (Ti, Fe:AlLOs)

« BRI D C

- BREHS . Ar 2 0 /min
Ar+10%H,
Ar+20%H,

124 BRBIUESR
1) SYaFEEICKIZTERTHESS L RN
@E/ﬁ

i

B7.2. 20;, BAEES (N,+1.5%0,) 8L U

RITEES (N, +20%H,) TER L zHifx Al
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ELTwRwOIRNL, BEERKTER LS
mTCIE, BREelicbizn, SIEIEEICEEL
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ALOBFEREBFTRICBIT 2R[ERED AL =X
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DOEELLTIZ, BRE lwk;éAuxﬁ%ﬁ
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&5, BFFROEREMEIC B TIE, ALOHE
SRR OBEFIE OB R SEHSEEE RS v E
EZonb,

—7, Qe 2 BERERSORE L LT,
Ti® & UFeQ R FliOE 5 @ HE D=
EERTLILERD S, TbB, Tis L UFe
X, BESFEIC L - T, &L Tit*~Ti?, Fe** 5 &
UFe?t & BFflinsZibd %, Licdso T, ALO,~
OEEENSETMC L > TERZZBEE, B
FHSW Lo GESHENR L Z LItk b, &
7.2. 11, ICPRENDHESITC & - THIE L7z
DFER D &K D 72 Tis & UFeD KRR RET
H3,

ZOFER LD, TiB & UFeD EMMRTIREEE
BERSKIWCHKRET 2 Z e ko7, TiB
L UFek iz, 3MENEE &F 2 615 FHKIC
BT, ZOEMRFTRBSKE < 2 2 H@AZR
LTwb, I, 3UADBEA 4 v B AREF
FICEBRT 57010, BRI FIOEFRIES
BAINAIPDERHLZLEBRTL EEZON
%,

FEIHRAT R B B ERASCRET 2 L) 2
Lk, EHHENSEREHESICL o TENRT S
LEBEWT 2, AROBEREF BT, BK
DIBREFBEERIC L, TIOTENK SV ERE
T, BILERSICB T 5 TioFMRR RS
BTEREK LD O/NEVWI s, BIEEBRERT
IHEREEREIN K E 2D, BVERNELS
FTURWSHEZ D 3 5 2 EMEERNICIZHE T X
%, S, TIOAEEMLUIRTLEOHRD
FUELFEREL TS FETH 3,

2) V7T VB0 RAWIALOEEELD
BEL

ArER—ZAHF AL LTHHELZ2ELIET
BRET>T 23, RI220EEIESNT,
ZORERED S HMEL 220% M LR &
L2rkEY, ®RVTFEDIERRVIZALO,
BELOBRNBTETH L 2 e8bhrolz, Y
TFEUBDER, 4V YV ABDIFICLENREMT
hrZens, BEOBFCL-TE, £V 77
VEDEEBWIEINaX MYKERNTH D &
wxd, —f, 5DEFMEL TORELRDE T,
AV LADFEBBENT VWS Z Ers, EikL—
Y-8, BMECTERBEOBEPEREINSGS
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#£7.2.1 TiB L UFeD ERRT IR

N;+1.5%0. N +20%H,
Ti 0.07 0.14
Fe 0.01 <0.01

£7.2.2 VT T B0@EMIALOMBGNFRER

EAEEA FRiER
Ar B DIFBIRD e O ERT AL,
B TH S, BiRLesy 757>
" Q,
Al-*‘lO/)Hz 7)3\%@&5621730
Ar+20%H, | BRAHE.

B, AVYTLEDIEEACAILENDS L
EZzohbd,
725 & ]
Czikiz & 2 ALO, BRGSO B D W TRET L
s, UToHMRE2E:,
(1) Mz ALOBBROBRIC BV T, K
REHT 2 EREEIOZEIL/NE b,
(2) Ti, Fe: ALO,#iE&OSHE, BIUEH S
BT, [EOEWIRLE 7 ABOFK&ED
Boht, —H, BEEAIKCBLTE, <
HWEERCEDRBOHFAOBEIE SN,
(3) TiB L UFeDEMRITHREL, EREFHS
WREFET %,
4) V7T 30F I ALOEEESLD
FRTE, FEIOHMELEZH20% 5 i
TEUENRD D,

73 Fas S I RXAEFE-HID L B
LaMgAlllolgﬁﬁasamiﬁﬁfﬁ

731 EF U & IC

Al,O;—La,0,—MgOR B L Tit, K7.3. 1
RT & 5 IBrisiV s 12 & 9 1400°Ci B8 v THEBAMR
PIREANTH Y, MagnetoplumbiteBl##iE 235>
LaMgAl;; 01y (LMA EER) OFEFEBH SN T
%,

MagnetoplumbiteBEfE X /O 7V & VB
{L&WIFERE, ZhEED B WHEDEME L U THIA &
NTCE, TOWENRFEOV L DRELEA 4
YDABRFENENTHE I ETHD, DIz
H, AMAFAAMNY w7 —W—LFRENZH—
BOVv—YVEEOSE LSRN EL N
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MgO 102 Nd jon/odf 1028
( usec) — T t & T :
0.5 1 2 atom % Nd 10
500 (IMA)
LMA
300 N X Ko,
hise x\
j‘ﬁ YAG
MgAL, 0, f’uj?
(Las AlMgOs) 100 ¢ E
I,a,, .‘\LgMgOM 50 + 4
I.aMgAan]g R | 1 | s
0.3 0.5 1 3 5 10
Al, Oy . 0. a % Nd (YAG
Lar—xAlx-z axxx Og-32 LaAlOy Lz O tom % NA (YAG)
) N [47.3.2 Nd#ZALZLMALYAGE QENEGD
B7.3.1 Al0;-La,0s-MgOFR DA, Brisi o™i & HoE, atom% RN A7 FAEA o v R e
%o Ut b O, TEHE 22 PRl 13 65 5 oD B AT AR A &
720 ONADOBETIT i 2 LERH 2,
B3H0EEZLNDENID & S HiFEA 4 v 2
BEOEOHERIL, BEOEWHERH TS0 P(W)
WENETHDH, BRI 72HO 2N F =D 0.15
B ESORET TEbEsESVICLD,
HHONENE DL > T b, BIRLUHD T A0 L 0.1
F—pOMBCEE L LW TEkbn 28 %3
FEHETE LA TW A28, T OIEMEHBEOKR & - 0.05
BERTHEE L THEEA A VBN ERET 2
BEH (BtERmERFREsNL) BHLSATH S, ‘ , , Alnm)
0 1050 1055 1075 1080 1085

FEMEERR I TV A W0 A RS B 53, N
DIEMEA F AREOERIC L RET 5 2 L3S
NTnb,

LMAIZ, Y:;ALO,, (YAG) X DEh =NV —
FOEEREE E U T1980FE It Kahn?& 12 & D
Lanl, HmEAA > L TIENdZLa® Y O
FRIZEAENEOTHE2, B UNATHHEIED
BFBELL, ZFNFNENIBEAINTEED
WHFEGET.3. 212K T, B7.3. 200 & D B
5k 512, LMAFTIHYAGH LY v k&k
NAiEE IC s 2 & T, HAF@IEL L 550, H#
HFMBEEA 4 v OBEEINC LI VEL 25H
RPN EIEA TV 553, LMA TR
DOEABYAGOHI2 5ETH B, #HEIEIZ L —
FELTHAT 2 & EORIBMRCERB DV
T 3H%, ZOEEERITEEA 4 > OBEIC
BT %, Lichi- T, BISErEClt, Nd: LMA
ENd : YAGORI2 SfEQMEEFO>L -V L L
THATE 2SR H B L2 5,

Nd : LMAOE#IE, BEMERANSKEWLD
Loz, 1.0551.08umDEHE T, Hb—FElE

[7.3.3 Nd:LMA®V—¥—FiEw 81T 2 [E S
1%, BIREERNORART2HE T L
D, AN OOERREESELND,

DHEEEB R > L FERET 2 L0 2L ThH
%, Schearer¥ 3, AIAHEEZF~, H7.3.31
AT L) REAREEBE TS, 1.05um#EFD
E—27131054nmic H Y, THIEH T A Vv — VR
BE—HTIWELDT, REAV—FY T A
DI E U CFIHEBEA TWANI: LiYF, & D
FELWHBTHLEVWLDE, £, BINA~Y
MLOIES, Nd: YAGD 3fEUETHZ Z L &
D, HIREEOED H 2 EEICE S 1 2B 25
DU A AR EFREE LTHALLS &
TEHE, V—F5 A4 — F ORIREE 2R H
FllcisE L Eb BV I X, BLU, BiEEE
DIEPITE A A — FHEES LI <, it
DERCHRHBEEZS2ELY, Nd: LMARSE
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732 HERER

BESERICOWTIR, Kahn?Eic kb, ~
X =A%, FIZEB L UCzEHE I L vEash, ]
7, 77 v ADC. WyonVED 7'V — 7 HE b &
BRIBEFEROERICKIIL T2, SRERR
BELEPERT 2 LT, av oy MERD,
HEEH 2N 55, Abrahams”% 13 LaMgAl, 0. %
HEMRK L UTCaRic L D EEEE2ERL, 11
DI ET o728 25, LagesMgio0AliesO1 28T
BY, A3y oy VEKTH B S L
LTCwa, Eiz, REOERIFZIEI £ 5 BEEE O
FrHarrrz >y N, Lag.o0aMgo.459
AlLs:0p THhZERE LTS, DlLED X3,
KA BEEERICBWTIE, 27Ty MERR
NEETDHZH, ZOMKHEE TR VLo
ThHD,

Progfxry, SRERBEEFEEFRICELT
2 DML (NAF —7) Bl TCziklc & 0, #
B TR AT, BRERCEL T, HE08
2, {LEHEEST, B 2 BERREONITS
LUV —FREIRCE L TR 217272,

733 HFELRFRER

1) BRHERS X UM

EERAREE LTI, ZHSEEREL s
v 8 v (La,0, : #E99.99%), FEREEMEEL
<73y A (MgO : #iE.IRLLE), FRE
BT VI =7 4 (ALO, : #1%99.99%) B
FUEBIZHEELA T Y A (N0, © ME
99.99%) = A7z, EEHEE T, 1000°C, 120EFH
LTz BlE L, BNOMERICES LD
BERA LT, 0%, 7/ —-22®, CIPIc LD
BT U7z, 1300°C, 12BFRILL LGRS
T ob D%, BREAMEE LTHC:, B
x4 YA —=78E, 0atm¥B—F L L, REH
RSB LN, 20atmB iz L TiRE 217
odz, BRAMBIERE, 504 X50hx1.5tm'5
DIFWBREETETCE 2 L5, 255g& Uiz, #
BHEBGICBEL T3, UToRRITHEBBEL T
WETEITR 27,

2) HESBEREMSF
#£7.3.1~21 R L7z L T, 100kHz,
60kWOEEHE % B TUTORICRTRET T,

Czific & Y BN 21T - 72,
20T, HE221F, HEaYY L3

5675

#£7.3.1 MR —BfbA A YA F— TR 10atm% —

La0.837 Nd0.093 Mg0.615 Al11.327 019
La0.855 Nd0.095 Mg0.820 Al11.170 O19
La0.900 NdO0.100 Mg1.000 AlIll.000 019

#7.3.2 MEHEE —B{LA A YA F -7 H20atm%—

La0.8000 Nd0.2000 Mg1.0000 Al11.000 O19
La0.7232 NdO0.1808 Mg0.4590 Al11.452 019

#7.3.3 LMARSEREH

2ol Ir © 50 X50h X 1.5tn?
77—t Ir 1 50¢ X304 X 80h X 1.5tms’
P LMA a-axic(<100>)

Y —FElE EWEE  2.0~0.5mm/hr

3 — R [EfE 40~10rpm

HREER N,+1.5v0l1%0,(2.0 £ /min)

DIFENCZFEC BT I Twa2, 7
VIFTRMETHY, BRIELENTHESLDTA
DY LBLDIFE Lz, £, BERFAETOR
BEAEENSSTHEHNT, AV 2877
F—b—FHwni, ¥Y—F&L T, cHEH»IIE
HICBOEHEE THL2I LD, LMADaliE L
72e Y—FEIEEPFEEELTE, 21y
FMHEETHNE, REVWE S EVERETHLER
s | & LT ARETH 248, ZTOHEPSRES
Bk, BIUY, BLAA Y LADOERSERE
DN ENTFRENTDOT, EHTOHF &L
FRATR o7, ¥ — FEESHE LT, HRlkh
BT 7y b EERDIEARHEANOT, EF
HEDH2 5, EREETOEREITo . B
FHSE LT, 322130%1t (BER) %
iCEWTEREHES L L, £/, ER2FHR
ELTHERFERYIIS B EBEShE L o7,

3) ERERER

2 DIE T 7 7- #E X (Ir—40%Rh/Ir)
TO, @ERPHESNIRERNERR LY, LMAD
BT, FU1910°CTH 5 Z LD 517z,

BRI iEdmnf 2 XT7.3.4, M7.3.58 L UK
7.3.6127R Y, B7.3. 43 A B & U T Lagsss
Ndo.ogsMgo.szoAh1.170019 S OETERL > EETHD,
B7. 3.5 BHE K & U T LagsooNdoooMg1.000
Al1goeOpd VERLIESHTHD, BLU,
7.3.61F, MEHER & U T LagsooNdoz000M81.0000

64—



ZATEN) T ) AT BRFSE

Al10000108 & U Lag.725:Ndo.1s0sM8o.4s00Ali1as
Ot VERLIFS®TH S, LD, ERlde >

7% LRERRBETH D I eNBOoN, &
72, BIEAA Y LEBEERELTHILICEDEIE
{723 BB D BNz,

mwwmmmmmmmmmmmmmmmmm BRI GROBERER LD, 5/& LiJEhcE
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, WEERAEITH 2 Z LD SN, £72, BIE E

Nd:LMA _ JHE & UTARRERNIRE L Cwsar s/ rry

: i MERICBWTIX, BEelic, 77y 78D
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Y MEREREL TWBHEBB LU MFF 2 b
VIR TER LIERCBWTE, 79y 27138
Donlh, MBI bDEEZOND,
7z, BREMEE LT, EEHE LTS L, B
HIE I, w7 72y PR UERERFC R
D, ERFHESEEC S, 75y 7BADI
(B ENTDENT, Bz, EEEE/NS
KT 5 &, BEMERE, BRI % 0 ERGIE
BLRT %578, *m#%mﬁmfu,ﬁﬁﬁ
XD, 7299 IBADRTLL B LHEAD
Hiles

4) ALESITRER

Fl& B COMBICE L TERMEHER &
BRIERLD by 7B X 0T —VERicB L T
ST EITR VS, MEBICBIL TRES 2174 - o5 R
BFRT.3.MIRT E Tz, FRFICNdD B RENEE
LTCHBET 2T R o7, OMTAEE LTI, 2
BODS THRELUREF D) 7 LA LIE D BCIBR

; WS %, ZVIETINVIZTAEFV— MNETEE,
HFWW”HWWWWWWWWWWWW Y7 Ay AREFRIAE, BLUY, AF VLR

g0 Al g B s

ICPHEADHSITETER L, £z, BRER
X7.3.6 Nd: LMAﬁ‘f*aa EHERICBWTII—F EIREL TRD T2,

EFESITIER & VILERDORET 21772 - 1 fER,
Abrahams%2sa > 7Ly MEEK EIRE L T
MK TOE| & LIRS, L5 & LT EsH
BEZDONIBEETH 225, &b MRHER &
SRR OEN NS ol &2, 74V LDER
SEEREUL, $90.6TH 2 2 L5, 2TOREICE
WTRH sz,

5) REBERER

BRBREBW T Iy 7 BEBND LI
LaosssNdo.ossMgo.s20ALi1.170019 & D B L 72 HEEE,
7.3.7 {RAERZES B LU, LagsoNdo100Mg1.000Al11.000010 & D BEL L
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R7.3.4 ALFEHHRER

MRHE AR La 0.837 Nd 0.093 Mg 0.615 Al 11.327 019
feEdh b v TER La 0.822 Nd 0.059 Mg 0.578 Al 11.401 019
fEd T — VR La 0.820 Nd 0.068 Mg 0.582 Al 11.391 0 19
IR La 0.855 Nd 0.095 Mg 0.820 Al 11.170 0 19
fES N v TER La 0.847 Nd 0. Mg 0.704 Al 11.287 019

w7 — VER La 0.847 Nd 0.061 Mg 0.704 Al 11.289 019
FORHER La 0.900 Nd 0.100 Mg 0.1000 Al 11.000 019
fEem by 7TES La 0.886 Nd 0. Mg 0.770 Al 11.216 0 19

HEn T — VR La 0.890 Nd 0.058 Mg 0.810 Al 11.179 O 19
FARIRELRL, La 0.8000 Nd 0.2000 Mg 1.00000 Al 11.0000 0 19
Tl by 7 La 0.834 Nd 0.116 Mg 0.781 Al 11.322 0 19
L 7 — VR La 0.818 Nd 0.137 Mg 0.815 Al 11.297 0 19
A EE R La 0.7232 Nd 0.1808 Mg 0.4590 Al 11.452 019
fhdm by 7 La 0.559 Nd 0.096 Mg 0.388 Al 11.886 0O 19
fem 7T —VER La 0.737 Nd 0.135 Mg 0.495 Al 11.658 0 19

X7.3.8 fRLEIZES

Teifgem®D by FEE, 5l & _EUEL L TR
IR SRR, BB E 2 TR > 1R 2 N7.3.78
L UOX7.3.812R7,

X7.3.71k AbrahamsZ3a > 7' v = > MERR
EHREL TR TO5 | 2 EURRTHY, ©
7.3.81FA MFA X MIVMHEKTOE] & EFHERET
b5, MHK» 55| & LT RERICB WL, JE
BEBWA M) -y 3 V@B ohiz, £/,
B7.3. 7B WTIE, CIUVRE L TWw 2 REF D
BNIH, AMAFA XN VHEBE» S8 E T
FEERIZB VLTI, VERIEED shksroTe,

6) L —VFRIRERS

LV —HHEIET X biF, Abrahams®sia sy 7L
Y MEECERE L T K TE & BT S

B7.3.9 V—¥FEIRL LEROFRCEEER

BEUA M F4 2 M VHEKRTEE RIS
WAL TIT R o 1R, A A F4 2 M VKT
& B ERICBLTOARKIERECH - 72,
FIRIC A OISR ORERER 2 H7.3.9105
o V—YRIENAEETH o Iz fESIc B LTI,
HWA M) T =Yg D SNTED, FERI
FEEa R LERIC 2 7 AR s T iz,
734 % ¥ &
KFROFERUT DL > 22 LD STz,
(1) LMADRSEIZ, #91910°CTH -7,
(2) cHEHWEREENIEFEEL Wiz,
(3) Fl& EUHRIZBEL Tz bZE DGR,
LaO.SSSNdO.DQSMgO.SZOAII1.1700191%\_B.byﬁi\ﬁﬂs{‘%ﬂ
B e AR S ary iy b
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HEE Wb D EEZ s, RS
HFESRED 6Tz A A F4 4 VB,
S5O5] & FWPICBEL TR, ERMESEIEI
Hoohhroiz,

(4) NADEPHEREIE, $0.6TH -7,

() FHWA MY Z—¥ g AT NI,

(6) V—UHIRT HELDOBERVTEETH - 72,
UbEDZ ERARFRICBNTRH SN, £,
Frit, LMAOa YLy VEBEREH Tk
ML o288, C. Wyon"%E X, a7 =y
MEEERHLTBY, 77y T7Y—, AT 7
V=DV —VEROBERICKIIL Twb,

2E XM
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Hautes Temp. Refract. 17, 331 (1980) .
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5) {EBEMETTNERIIT S IREEH56S (1988).

6) WBMERE, EARER, FHARK, BREA, LEE
K&,

7) C. Wyon, Privete cominication. (1989) .
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8. KTiPO.DSHGH BT 5 W5E

81 EF L & I(c

VOB EREEE LT, KT A=
TEMMCERLENZKEED, v—¥—(35EE,
HAEHE, SEIFRILIE, BETE (v —9—4]
), BEU, FBREFE (v—PF =X AR E) ¥
ORI o TEHRH L DEEFCEEHED
RARPEEDL LD T2,

Z QM H OEBE R U L g I kU,
BBREHSHLDT, I TREBMNMTEIE
BELEZG,

V= GRAL, W, B4H THD, BE
RERCBT 2 L) BT CNE a2 00
MR, v —F—BEOR -7 TH B H
Wz, SHGRIR 2 D% { DFRZHSE b2
59, L=l idFHE (FBIR) OYECL-T,
AAV—H—, B (RS, v—F—, T T A —
P, FHEL -V —, RUBRELV-F-0b 2,
FHERL —F— 32 OEREHE R LS CELPE
FEBIZRITBY, £l —9— T -85
D/NE WV, FRARV—P—=ZZ7 VI vrr—9—
(f%, B) QIO CEEETCHERI N7 —DKE
WHbDHHB, Lo, PAL—HF—1FQAA v
FEEL —F— XD b 87 —E» NS L, B
RE—7 DS (8—73EIE) PEEWIS S,
FrNT—DREVWH ALV —F—HIEBDED 2
ZERETRIITIR D K& v,

FZTCEBEV =Y —DFE LD THDEH, B
HEDE 5, By —9—c BEEOE Y (IR
a4, FIRER) O L EROEM L DWE
BIlEEnTwRy,

RN —DREVWEHER LY - —TLr b
RE— 7P EOEERD LI LD, &
oz LB3b0L L TSHGHES (SHGH)
RizowTid, MIETHERON TS ) BEE &
N3, UL %D REBERES(GFE10X 10X ~20"
miEE) BESNEVEETLIONERTH 2,
Thbb, SHGEREEDK & »REEFELNE
BlhELrEINTWE,

SHGHEARB RO LS wEEE V- —% &
DHT I ENTEZEDD Tl <, EAXE L SHG
WEFE—B 2T 2 L0 B H 5, #l
ZWERAV V-2 FHHENE T 255, 20
V=Y — IR R Z RO TERTH 230
D Ci IBEHBME R EOE, L, SHQ
ik v, Robv—¥ -k & [ aHR
LK (B, &) LI Ees I ENTE
0T, EREECFEFCENTESTILIED
5%, £RZOORENHET I NI I LIFT
DOOERAFRICEETE 2 2 LioET %,

LV—F—HENEN I EOERTIIWL D0
2, Bz, BAETHNETFHEETHS &,
FOETFHRIIERRE (FOMI) THRHIEV,
o, BEETOEEBREDNETIAT ¥
AN—BHONEEATH L -V —2ZHTE D,
FLEFETHLIEDOEME, BEFERXLID D
WED (W5 E | 2 NZ D TEREY — 7 5% <
B 5, BlziE, EEFMIBY 3 L5 CBUNRIC
V=Y —RERIERTNEE SR E IR
DRI NFR L v, IR CBEOFHR TS
BLr—F—FHWwE, @EICEBOFMHALY—
- LT, 7VITr e A4 v —F—nHFHn
HENTW»5,

FhTy e 44— ZHEH0.488um,
0.5145umTH 5 F L RFEOHOEFERIE 1T 20,
HAKT7 v b 50D bONERLTWS, LED
DFFART MK L BRI IZFF A, 1M1
Wi EREEBCRERNENS, v—Y—i&
HIAREE, BEFL, K&EMEx CORENE2ERBO L
T, INBWRKEEYS52 22 k<, REOTFH
WL Tnwd, Ll e, FLITy - AFv
VP —DEEME, EXME, RUTERICKE

KTiPOs (KTP) 33BN FEE R e = 7 X
107"m/VEREL, 70— —BEL EWED
mE, AEFAECREFAEOLS, LTl
FHLEM R ED i S5NAF —7YAGY — % —
AOBRAER S HENZSHGHBR EEZ 51T
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ZATEASY YA+ )T AT A

WwWa, INETICTA ZTINOMHEESGZHV A
IR 7 4 S CTEMMBME L L T60% (AT
250MW/at) BB 5N T w3, L UKTPIIEHE
ERBRICOBELTLE S L OBRBRIIES Tl
7 K, TESE, IKBGERIEIIC & 0 BB AT 2 b
NTwiz, ZOFETEER (650°C) BE (1700
L[E) OTFCTERT 227 O KBEHESLETH
D, LRAERCS0EME w) ERRIZEL, 30X
10X10mTBEDO L DL BN TE 5T, KEHE
OB REE: ST iz, MET I v 7 Ak
12 & BEROIE D7 S K TP O KR 8
FEABFEs LT3,
F2IFKWO,- WOR7 7y 7 ARFEREIT 5
Z L TKTPERER % 1REDOT T, HRBKLTE S
BRLBIC Ny 7y —F 4 Y JHRICE VBRI
MY, AEETHS Z L EREL, ORI,
SHGHHE D FHI 217 - 720

82 MEMNEA

8.2.1 KTP¥RDEREY

KTPHESZE2- 0101, THOKTPOBmE
EAEBRLTBL ZEBLETHS, KTPOAEEK
13, BRITTEOK, Ti, POEMEFEDEE
TREL, INEEHET LI LRIV EZITS
CENTED, LARINODILEMOBERE
EHED D B AL L QFERMEEYIC D W TR
WEODBEIEL L 2B, 150~200°C TIREDFE
DoNDLOPEEL Holz, ZOREBEETO
BEIZZF DG KD ERE L THEIELER
Wb, 20X RARSESET2LEMEER
LT b Z OO S 1ZREELE 2 10,

KTPOMHEL DEEIIE &I 2 BERKOMK =
TS LI L2k, —EDEREHEIET % L
TEENDH 5,

AV VEEH ) T LK (KPO,) OFEIE S
L D150~200°CORETIELALFELEZ LI &
R U, #1H, KPO, £ TIO, 2 EE L &1 D
Lo BeE, BEL, 00°CLU LTEETSZ LI
Lo TKTPHHKEE S Z LB TE,

FEBERE 13900~950°CASE Y TH 5, 900°CEATF
i SIERR I OIELE, 950°CLA 72 & 1F, 4R
N7=KTiPOsD Y > BARDSER 0 U C BT 5
e TH B,

e, IBEEEF MR R LT, Boh

TR 2 XAREIFE TRz & 22, KTPRIAD
-7 3eEl@oohkdrol,

8.2.2 KTPHEELDEEY

KTPHiES 2B 5010, 1B 282D 7
T 7 A DWW THRE LR, K,MO, (Mid
W, Mo, CrR 'S oBIZN 2472 £ b—fT
Hd) TRLENWBEYET7 7y 7 AL LTH
WIIEE VI R RO L,

LT > EHEHFERICZ LD TH D,
INODT Iy I ADHTRK,WONELIFZ
Ly, &7, KkMO,7 9 v 2 A12MO,;, KPO;%
WINT % 2 L WKTPHEERELECERT 5 L
TIFE L, BB, K,MO D7 5y 7 208
&, BT 5 72 0 1100°CIRE ORI (R
TARMPEL ko7, ZOBRENEIEL L
3 BEFROBRLNET 2 2 e 03d %5,
MO;, KPO, 28T % &, EECRIFRER AR <
Sipwn e, BERRESOFEEIGEITE 3
»ETHD, IOREHREROBERIEEAS»T
e was, KTPOE S LR 7% - T
HantwseEzohd, > T, MO,IZKTP
DY CEEOEEC L D BEE Lz 5 K E2KMO,
KRS X5 /EAL, KPO,RFRELREY VBIR
ERAT DL IERAT b0 L HElaN S,

KTP#¥R L 75 v 7 ADREEIA N, KTP%
2RO EN B L, FEL BTN KU EE
TEONEE L, KTPHROEEHD 2B E 5
EHEROIENKL, GENTREOLSTH S,

KTP¥iRE7 v 7 AZREAEL, HEVY R
(50me) FRTHERLEIBIC LBBRS L TnE,
BILBETHREZELL, JOBETLVYREE

#8.1
KTP Isothermal cooling stop
Flux mol% Temp Time rate Temp.
¢C)y  h) C/hy O
11K,Mo0, 10 1100 20 8 890
2 1 K,S0 10 1100 17 4 900
3 |K,CrO, 10 1100 16 8 300
4 1K,Cr,0, 10 500 4 8 300
5 |K,WO,+WO, 33 930 17 16 800
6 1 K,WO,+WO, 33 1100 24 2.8 750
7 |K, WO, +WO, 33 1100 24 8 590
8 |K,WO,+WO, 10 1100 45 8 300
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EERH BT RS &

X8.1 KTPOUIY i L AE, MEZEERTI=90

$=26°
\
,__| |__-l Heater
A U [(4—] Window
L]
\ | _Seed
D _:' | Crystal
H— Pt Crucible
D N
-
&¢ |

= Thermocouple
B48.2 TSSGIEERUF

KUFP SO L, BsE7 7y 7 A2 BATHE
HLHL, BEEREEINL 72, EBNo1~3 T
FEHROKTPEFE RSB Sz, ZNIZKTPO
EEENMEL, NRBSEFEILREPERE /20 &
Bbnzs,

KEANo 4 ~ 8 TIRATH b BHEESE S h, ~F
FEIX10~15mm K DRARTH - Tzo

i, SEEANo 4 TRREAHIRIEREIIV Y RNEEIC
B L Cwiz2s, EBNo 7 TiREGEROFHIZ
FEAERD SENBDT,

BonHEROIBRED D EEbNE—D
2R UK TPIESEDERES L OUSHGE )= %
FHIE L 7z

5675

8.2 B

77y 7R/ (KPOy+Ti0;) = 1~5 (€I
77w 27 A KeWO,/WO,=20~50 (ENVEL)

IV iR (Bl R 0 ~30rpm
FEFRESEEEE  20~50rpm

R Pt 70mm () X 75mm (h)
BHRIRE 800~950°C

RORE 0.1~0.5°C/h

MEFiE S 0L (001), (010)
BREES RS

80 90 100 110 120

B48.3 KTPHEMR

BMUOHENTEREOKREZIT6 X 6 X TmdEk
AR Th ol CNERB. ICRT L IR A
T—NONHEEET 2L 74—V —2HAWn
T UNENE 2B I 5>, £ OEDFEN
TSR EBE CHNAMDO TN 2°TH 2 WA &
o TwB I EVHERESN, TDRdbbHs>
73, Nd: YAGY —¥%—i2 X 3SHGZHIE L TH
5L, HAODFWEKENXLrBLONE»oTz, £
D RO N AR E 5T,

ZOBRAFEE L TIRIEBRS by 7 e v—
T4 7k (TSSGHE) TORBERDEBERE X0 ->
Yo

8.2.3 TSSGixlc& 3 KTPEBRZDER L

E ]

KTPER I IZKTPER & L TKPO, & TiO, %*
75927 A LTK,WO, WO, 2 Bwi, Zh
5% 1 KREDOT TL000°CIc NEVER 2 &, B
RECHE S RIS % AW 5 TSSGEE I &
DIEEB R 21T o7z, TSSGiEZ v 2 LT
EEF| W5 2 & TREMLO RSB D £ /o fE
FRESED ML E Z 5 ETHREFLOHIEI 7 RE
Wb eEZ6N5,

8.2 W/ TSSGIETER T 25D 3 V' —

/.
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8.4 FITE—LKIC L DEE

[100]

f

(001)

B48.5 (001) wRohA7u—RL sy —Ny Y
FlU—

VARHUINEE 2R3, C DF 2 AW TES . 2ITRT
BREREMH CEREITR 572,

FEEL MR & U CRCEMESEIE, BAk (A=
0.543um) &AW FTE — AFBRE TREAD
RMEEBREL 72, FFIC, SHGABERE L TR,
3G E MBIk 2 BT RO % — M % He-Ne
V=Y —FHWTe T AR = TFERIC L
D EIE L7z,

iz, fEdL D (100), (010) ZAHEE L7z
THABDEAT Y XL %28 H L, RAMRAREC
TREITEDOWE 2178 > 72,

SHGREMEE LTI 3 W, E—24%F 2mn
DONAF —7YAGY —F—2H W T UHEEAE
FAMER NREFAIEZHE L7z,

BRLIZEGED—F%2K8.3CRT, Ziid

OV ICEF ST 2T b DTH S, KEASHK
BT LR ST < 10 H T30 X 20 X 12medD
EREnEshz, BRIEAECHEHz L KRR
LTWwa3,

£1 OOFm;‘

8.6 {RMEMEEICLZ Y V) —DEE

8.7 MUA YY) —rFBHIC & 2 RIFEES
DEE

FEFREEE T O 001) 7L — 2470 H L (001)
DOFTE — LB TEHE L ERZKE. 4107 T,
WRPICIE 7 5y 7 R & > TBR S NIz
BED/u—2Ak 78— rF)—Bhsnsd,
IO Y —1F (100) FEICEET 3 70—
Ax 7y —t (110) BARCEET 570 —2X %
78— DBIRETELDTHB, NI VT ) —
BRI TIE b L D44 ~45°D 25 L TH
UTw3, i b bELVICOEERR L TH
VPTWwb, ZNEME.5ERT, N7 F ) —DMA
ERELLTWBE I Ehs, BEHIZ (100) HE
£ (110) FEOREREDOSEM LIz EEZ S
N, iz, XV MREIZIZ, VY ROBEFRIC
ot vy REEE DREIC 4ACCOREEZENH Y,

(100) AEE (110) ArAE T, (100) AR
BET 3 HrBEIENRAE W EEZSNS,

N ) —DERS % (001) X D IRLEEMSE T

— T —



A AW RS &

#8.3 KTPOJE#TE

1.064pm 0.532um
Ny 1.739£0.001 1.779£0.001
ny 1.747£0.001 1.791£0.001
n, 1.831£0.002 1.890£0.002

8.8 SHGHIERY>ZVND NI4T ) —>TF

Wik
BT 5 EM8.60 XS (100) AHEICEEIZL
ARBRERE (110) ARIICEE A ZRKER &
DREZDEITTAT Yy PRIy 7)) = E,
5N5, (100) FENCEEL S DX, 5~10umd
BETCIE-> &) LBETS 3,

—7% (110) FACEEL b DX, D HH <
BAFE T < %8> T3, (100) ARANDERLST
BETHD, HENELKEVWI LERLTWS,

WIZFE Y ZFVD T4~ 7 ) — 2 THG
%, M8.TICRT . N7 5 ) —DFF CTHBHEINA
WHB > TWwW2D0Nbhns, ZOESTIEAn=
3.2X10F 7zAmDF < b T 3 (100) A
BET 22279 —TbAn=3.2X10*DEFTED
TH—PERE 15,

—% (110) AAKRERT 27 ¥ —TldAn=
5.0X10°~1.0X10BEOEB T I hhr 5 b

(100) FAWCKEYT 2% 7 ¥ — S REELBRES
LTWw3Zdbdrb,

(110) FRCHEET 275 -k I T 2 &
TAN=1.0X10*CEBN 22 5 Z L TE 2,

Wiz, BITEORERBREZRICTRT, 1=
1.064um, L =0.532umDfE % =T, AIEEZEIZA
n= 2 X107 & K& WS, [FREIZ 7V X A DI
BlehbsdeEZTw5,

SHGHEEFH % T % 5123.1X3.2X4.6mnD %
A ZHNOMAMEEE R T 5 X5 V> IV EBRE

5675
o
e
c
D
3
=
<
>
=
w
]
w
=
£
]
g
0
O O O N O O O A1 O WS
5-4-3-2-1 01 2 38 4 5
ANGLE ABOUT ¢m(DEGREES)

8.9 SHOLHREDEEMKENE (Ap)

SHG INTENSITY (Arb.Units)

X8.10 SHIYGRED AEKEFNE (A0)

D EITELEE DD WIS L VTV H L7, &
Y NVORITELEENILAN=1.0X10"4TH > 72,
M8 8z b VA 2 — TG ERT,

DY TN EACTAEREHRIEZHEE L
Tes

KTPiZ6=23"+0.5, =90 CHfHEEE N T]EE
Th 3B HADOHFERL 0/ MDOFHIRER
ite,

SHNEED ¢, 6D AEKENE%KS.9, X8.10
R 0 ¢ HATIE, SHHARED A ¢ =2.2° TR/
WY AEHRIBE LT, AdL=1.0—cm, 65
BTIEAI=4.6 TR/, AGL%=3.1"—
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L)
£
D
o
<
N
ot
w
=z
w
-
2
(G}
xI
1]
i | RN R
o 20 40 60 80 100 120
TEMPERATURE (C)
X8.11 SHYHEE OB EREN
)
em? LK E 572,

FATNE /Y7 VT 4 ANVSAEEETHS
BTN LA KEREE RT3,
RICREFABOMERBR K. 11T T,
SHYHEIRER (23°C) THRALE->TWT,
CTR/NCR>T WS, BEXFBFEE LT
AT=52C, AT-L=24C—em&KE o7z,
FLOTHDE, QTSSGEPKTPEEL T
B URBIE 217030 X 20 X L2mf D FES BB & iz,

@ BEAEICET7 Iy 7 AEEEDZ 0 —2
YNy 5 BRI NI,

@ (110) FREKET 70 —A12 75—
ST H sz LD RITELENL An=
LOX10'TH D, #ERD UK T 2 2 &M TE
77,

@ (MHESAEHFECLT
A¢L=1.0"—cm
AGL%=3 1" —cm"

REFHFREE LT,
AT -L=24C—cm
BESN, BELOLAREQEE K-,

INGDERESLZZ, LV ERELKTPRER

EEREITR VI,

2 EX#

1) F.C. Zumsteg et al, J. Appl. Phys., 47 (1976) 4980

2) ERKRER, v—VHIE 14 (1986) 923

3) T.E. Gier, U.S. Patent No. 4231838 (1980)

4) J.C. Jacco et al, J. Crystal Growth 70 (1984) 484

5) A.A. Ballman et al.,, J. Crystal Growth 75 (1986)
390

6) FIAEZE S HAEREF, ¥ 37639

7 BEe, BeE 74Ny T—T gy,
WOFS6-14 (1983)

8) HINEIZE S HAERSEF AR, 1863—40713



M ET R R EE

675

9. Ca-POR7 IV EPHDRR

9.1 &

TR KIER & AR A L 3 7 A TKIETE 2 RS &
5L, BRENREBSVHSERL, EERECD
NTEEPED, FLOWBITLET 2KE1
FVEEMSHHEND, KEA A VBELRS
At DBIRERIE LTz, TN EMTERT 2,

9.2 BROBE

KB V3 T LRSI RGNV 7 4 (B
REKLELE) »ERKWT TS0 CIZ R EF
L, Ihziuste, RREE ULEEKCAR,
TEfRIZ0 45 7 4 VY —THRE L THW, B
IKIETE TH R 2 AT Uiz, S0 E
Eizzhnzh, EDTAESEER KBTI Y
LR R W TFOREL TB WL,

9.3 ESIECZEA

KB AN 27 LRFRHEHR~, Wt e
BmTER

9.3.1

11

9.1 Cat POEAETHNPHOMR

@ ; 50.30mM—8.00mL—H3P04 (Z 19.58mM—Ca(OH)2 %=
DEDOOMZIER, EETHIZALLZMNS

O : 19.58mM—20.00mL—Ca(OH)2 iz 20.12mM—H3P04
Ao ER, BERTHEIZALZYS

qJ  19.58mM —400mL—Ca(OH)2 iz 100.9mM —H3P04 %
LB, EETHEALAMSSMA, FETOEE

20.00mL—19.58mM—KEE (A )V ¥ 7 AZKEERE -0 18.11mM—400mL—Ca(OH)2 iZ 100.9mM—H3P04 %

PHEIZAL, #0220 12mM—#EEKIETR & —
EODOEa—Vvy MOETF LU, tBIEETE
ABREHICERAE D, PHF S ABBOFRR
FEMBIZIF—ERE L - /2 50CCE=Z/7 o
A a2 %{FEH L, magnetic stirrer& 72,
CTEREBREPIToN, FOMIZPH= 711
TEPOERD -T2, TOHEBIET N OERRE
DELLZHDEEZENE , ZD—D %K. 1
Vane I
9.3.2  JEEEKIETER A, KEBIEANLI I LE
HTEE
50.30mM~—8.00mL D BB KIEW = HIT A L, #
D HFIZ19.58mM— KB (b H V> 7 LK % —
WooEa—Vy e T Lz, Ca/P<1/20
EHTHPHRTIEWR THBRICEE L,
B3 Ca/P=1/2, PH=4iE» 5 BE LKA,
PH#ERIZCa/P=1/2~1/1DEBE THEE T 3 12
WHSHEELL, >1/15 0 KEk 2 L ERET

SETD, ERTRIEA LA SIZ, 49°CTF26HE
ZELT 2R LD, BELERRE L, #
NS E2EI. 1R T,

9.3.3 KEMEAN T LKBERF~, HEEE
BTEETHE
500CCE A 7 A1 19.58mM—400mL 7k & 1L
AN WEWRE AN, HIEALZHS ZOHI
100.9mM— (47~70mL) —BER A a2 — 1L v
P B DO T L, Ca/PELICIE UT- il =
PINZ 7z, ERTICE SRR IREY, 49881
KEA A VBERRAE L, FRERI LRT,
9.3.4 JKEBbAN LT LKEERD~, BEEE
BT4rCT268 %
500CCE W 7 A1 1218.11mM—400mL 7k FE 1L,
DN T LEREEANL, HIZALZWS Z0H
100.9mMM—BBER 2 Ca—Ly Mo b 8D
DR T L7, Ca/PHLIZIC U BEE 2INA 12,
49°COER /KM I B S IR 0 IBE, 260
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IKFEA X VBERHIE L, #1156 %2H9. 1R
E2S

94 % &=

FNDIRBEDTZE S &, Skt b T
ME, BRI & 2 HEEEOKEA 4 VBED
BEHTRL, Ca/P=1.5T04IEPHT 2 7R
U, COWEATIERDEEDE» D & 5B
OBNIRTH 5, BB S ERHABITT
LEALD—IEMN R &Nz,

KB DOLBEIPHIZIG U T, #8544 >

DP04(3-), HP04(2-), H2P04(1-), H3P04D LhZEAs
T %, EEFOAFEOREIIICa/PELE U
R Lo THWEZT 2, TOKRRIZHERERD
bOTH2, MEFEEOETIEIC»»D ST,
HIEFBER G EER S O TEBE A ELT 2
ZEMIRE NI, ERHEITAR L 2B b BRERVATR
WAL AN D AKERERE T LTHEL- D
D FF DS ERE I LA £ 5 KBESKT
hiIEMRENT:, ERHPOBEBE» S Rin
i, MR TAEESATHRYOHEMHICE ST
DOBRCHHT A EEZ 5N D,
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10. BNN#RDOMFE

101 & U &I

BNNIZEN-BEXNEVETHY, $EE
HTbdH b, ZOEENRFELEREICL > TF&
HT 2N ZOWEDOBRNTH 2, RHFFRIZB W
TiE, 7ENT7 7 ABNNH#E & fom i BN Nk
WEFEND, MK, ZOEOFEMEEE L TIHLEL
D LiNbOs, Ta,05 & Nb,Os %23 5E LD S5 16 THF
RS BN TS, Lo, BNNDREDEE
HRILE, KIC, EEEEL L TCEETHD,
KLZIFRFASy &) > 7 kic & ) BNNERED
B ERA, ZONEBFERERFEL, TL
TEIZZOEBEOIRMEDOWMIE L B Z ko i,

10.2 ZEL 77 ABNNEEOER &
it

10.2.1 7EML7 7 ABNNEBEDO AR

A PaYREFANRY Y Y VT EICEST
BNNO7ENVT 7 AERDERK 21T o7z, vac-
uum chamberZ20cmf®E, /321.2emTH o7z, ¥
TA MV A MENI-Crt—% % N L 7z active
electrode (anode) EFIZERE & L7z, congruent
steel plateldanode & FEITIZ 5 cmf@ T CERE S
720 chamberid&#] 7 X 10~ "TorrLA F D EZERE 12

&1, anodeld200°C~500°COEE IZNEL & iz,
Ar O, EDIBRBEHT AN — 7 N7 5EA X
M, 10~ Torr IZ AR S 72,806 X 5 mmdD FIER D
BEREA 2 ground elctrodel & L7zo D —
7 v M ld Na,CO; (8 mol%), BaCO,

(43mo0l%), Nb,Os(49mol%) DIEEHE & IE
A L1270°CTRERS L T o7z, 2 DOMARIZT.R.
CarruthersV28a > 7 Vx> MHK EEZ TWw 5
MR TH 5, BEOERIF200W, 13.56 MHz TT
bNTze 50X50X0.5mmD ¥V BT A S — b
B TA Mg M ELTRWSNT, ERENT
ERIIMEERET, XBREIFO/BRTEL T 7 X
IREETH 2 Z 39 -72 (K10.1(2), T DOFEE

DAL Z N2 2 D12id. ZOBREZEK[HFT
900°CIZ2E L TRt LTz, 2 LT, 2D
D X AREFTAE 21T o720 2 DFER%X10.1
MIC LT, OXMREFT/ Y — 21 T DA
KEFSBNN2S2EL D, L LLOYIE b EH» I
BATHWEZEMNRLTWS,

10.2.2 FERHE

as-grown® 7 E )N 7 7 AR PEE & E?ﬁﬂ’z
% prism coupling technique®iZ X > T £ & T
757 GGGV X 2 L He-Nev —¥% (JE632.
8nm) BV STz, EERERIZFRI0.1ICTRT,

Intensitiy[arbitrary unit]

’ =
25 30 35 40 45 50

20(°

N
(o]

1
55 60

[410.1 (a)as-grown BNNM#ED X fREIIT/ 5 — > L WS E R
— 76 —
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Coupling

10 }

~3

10

A TNV L cF P YT AT A5

—_ 7 i T T T N5 OBNNEBIZETEE2. 112 52.16TH 3
- 1(002) 6(600) 11(831) . 9 .
= 2ieror 70100 12040 A2 i3 BNN B S 5 02.25~2.339 L lhR 5 &
5 o e pUbEw,
= (BS:;:Q c;") DT ENT 7 ABEOHARBIEEL R 7Y X
— L] EAAR] 22 SHI == S i
5, Lo X T A FENT & > THIE LTz, BIEWCHERL
>
= eIV 2ETI VAT T A - Fr—1 (50X
< 50X 0.5mm) LS NIMEFER Lz, 200
= o NFN - F) K4, HeNel —¥ R {EA LY, —
20 25 30 3529?2) 45 50 65 60 DD NG 6 DU EDTEE -~y F
B10.1 S To0CE A L Tkl e 0 b ABLOTET—FAvy 7L, %
BNNERED X gy —> B R1310g  P~LAFRRENTB D, 10.2a),
#10.1 BNN#BEOREIFFE, BE, y7Abv4 b
Sample N Refrective index Thickness of thin-films Substrate of
b © (standard deviation) (standard deviation) thin-film
2.1391 1.7952 silica glass
BNN-02
(0.00%) (0.48%) plate
2.1274 2.3192 silica glass
BNN-03
(0.01%) (3.50%) plate
2.1103 2.9918 Aluminium
BNN-07
(0.03%) (11.94%) plate
2.1662 4.1409 silica glass
BNN-08
(0.00%) (3.84%) plate
. . 10 . . -
A\\‘ ~—o— TEp 16.6d8/cm
B - TE 128 dB/em $a BNN 03 —8— TE; 17.5dBtm
_ BNNO2 . Aa —&— TE; 17.4dBtm
‘ \»."W —o-~ TEy 149 dB tm Y 1i0.6328 um
‘ot -
2 \zl | E: 1(52° 1
. by
P=
a
- —
\ et
" " E 163' o I
m\ \
L]
L\
& = \a
B oman
. L @
@ 2
E \
4' R ] U 10 .‘\o \ .
I.\ \\w &
5| R X ) 10-‘ N \ L
(o] 10 20 30 (o] 10 20 30
propagating Length (mm)

Propagating Length{(mm)

K10.2 (a), OBNN#HEDLog, P& LE DBEE G

» BNN02, BNN03)
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2025 30 35 40 45 50 55 60
20(°
£10.3 (0)650°C T EVILEE L 7z BNNE D X R BT
P st

out put prism» &5 HDOBE L DL TH S, L
I3 propagation length T3 fE I input & output 3
FnZhcoupled 2 SO TH 5, I DERIE
Bizzhod7E)NV7 7 ABNN#EEIL12.8~17.
5dB/cm & v 9 K & WIREIELA 2R > TEB Y,
MIZLINDO, D # 11 (~0.1dB/cm) bR THEE
PRI,

10.2.3 M #E =

COWENESETH D I E OHEAHIZBNNE#
EEH T A b A b EDBIREDE, ¥ —7 v
M (BNNt®Z 3y 27 -7 —1) OEESEZET
3 Z EDHIKD,

Fe B2 ORMEMIRICCHEATE S &5

—(Ba,Nb,0,,)

. Intensity(arbitrary unit)

s n A 2

0 25 30 35 40

26( °)

[€10.3 (©)700°CTHVLEE L 7 BNN O BHEE G H & XaRlE/ <5 — >~

MIRENT WS, ZIT, Plicoupling effi-
ciency TAE 7V R LICA 2 72 HDFEE KT 5

BNNOHEGERERETH L, ZOENZERTT
BiedIZ, WD &S BEBREA STz W) D AXT
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——(530)

(440)——

- Intensity (arbitrary unit)

A 1 A A K

o

25 30 35 40 45

26( °)

50 35 80

10.3 (d)900°CTHULEE L 7z BNNEEED X AREHT/ S5 — > & FMEIEH

X10.4 SEEWMELLEZY )3y Y- N"—FLEZARNy I INLTENT 7R

BNN#E B O B EH

SAFWERESNETELVT 7 AEEES LB NS
REECHNEL, BEGFTOERED XIREIHTO
HIE L EMEEEEB I n o7, (BREDE
RBEOPODY T AP VLA N EICTENT 7 A
Biadpg Lz, 9. ()OREEIZE10.3a), (b),
€, EZRENTWE, ZhoDfERICL B L
BNN#EEIZ650°CTHREAIL L IE U o, FEiz700°C
kw7 3 L ECAEE ([530]) @75 EECHE i3 [440]
HAEEE) 2 b 2L Sk b, $72, EEEICBa,
Nb,O,, D & 5 ZRIOWENER S NS, £z, 1N
BMLTWEDRTI VA Y - Ju—Rick->T
HENEEL, /77 v 27 bAB, ZNIZBNN
BELFTAMVA N EDBEREDEICK S D
D EEFEIND,

10.3 BNNECRHEER

103.1 ¥7XFL 4 FDORIE

BRI W BNNEE2ERKT 571, BNN
EBEIREOIT WY T A P A N REAT, 3
TENT 7 ADEEEKET o2, Y TA A
b & U CHEEMEEL 72Si0,/SiY = — N —, #Edk
TS A, MELIZATVVAR PV —1, HFE
LTRWSIY 2 ==V ONz, ZNODH
WA & N7 I3 E10.4, B110.6(a), (b), ()
RENT WD, iz, TOTENT 7 AEEDX
MREHTORBREKI10.5127R T, »Wind HEEEH
DEETH o7, EREMFIZFRI.2IRE N5,
Fiz, A9 F YT e =7 NDEKIECar-
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Intensity ~ Arbitrory Unit

I 1 2 L

L L it 1

20 25 30 35

40 45 50 %5 60

2 0 /Degree Angie

X10.5 as-grown BNNEED X fREHT/ ¥y — >

6 (c)

ruthers® Z 1L T3 7% <, K.G. Barraclough®#H#%
%A L7, Prism-couplerikic X 3 2t 5 ®D
BNN#EE D FEE O EIE 2175 7228, BIE KD
U7z DIESEETE L 72Si10,/Si7 = — N — & i,
SR « Fv— b ECERSNIEBEZ T

}10.6 (a), (b), ©F>kHTA A b EIZA/SY
ZE N7 TN T 7 ABNN#E D FREO
WEEE ; @QEa NI AT ¥V AR, (D
BahTukny)aryo——TMF, Off
SbA 5 AR

7o ZDEEFERIZEI.3 4R ENT VDS, H
WEROKE S F2MBETHEELFIFZ—ELTY
72 INBDTENT 7 AEEOEMBEEDFE
Bz vAy . ZJa—A3EAlsnzh o7,
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#10.2 7 ENT 7 ABnniilEdpE 0 g

Atmosphere Ar+0,

The flow rates of mixing gas 20 : 20 (cc/min)
* Atmospheric pressure in a sputtering process 1 X10~2Torr
Applied R.F. power 100Watts
Distance between electrodes 110mm

Growth velocity of film 0.21um/hr
Temperature of substrate 300°C

#10.3 SiO0/Siv 7 A prA F LIRSy ¥ 27 BNNiE
BoREE, BEE (BFERIEEMBELRLTH3)

O Position N SD(%)  Thickness(«)  SD(%)
o 1 2.3927 0.0 0.9476 0.20
O 2 2.3894  0.00 0.9568 0.11
6 3 2.3800 0.0 0.9877 0.19
©o0 00 4 2.3918  0.00 0.9921 0.24
1 203 4 5 2.4067  0.00 1.0755 0.39
é 6 2.3080  0.00 1.0410 0.06
8 7 2.3891 0.00 0.9743 0.21
8 2.3832 0.00 0.8893 0.06
#10.4 HEby s A
Position Refractive Index Thickness of thin-film
* % *
) ) 3 1 2.2935(SD=0.08%) 2.5668(SD=0.73%)
2 2.3055(8D=0.07%) 2.8287(SD=0.46%)
3 2.3421(SD=0.04%) 2.9122(SD=0.3 %)
#%10.5 #ESSEBNN#E O &R &M
Atmosphere Ar+0,
The flow quantity of mixing gas 5.0 2 5.0(CC/min)
Atmospheric pressure in a sputtering process 5 X10~*Torr
Applied R.F. power 400Watts
Distance between electrodes 60mm
Growing velocity of film 1.01pzm/hr
Temperature of substrate 500°C
10.3.2 BNN®EMMEERDER POEERENDEFICT 22 E2E 22, B

RFA/S9 & ) v ki k> TRAMEOBNN  10.7a), (b), (©iFF—4% v b O % Nb,Os-rich
BEOEREB o7z, ZDEEBM S BNNH CEZ T o RFICEBEOERMENE S Eb S »n
BZ500°CLLE THEdb T 2 Z LSRR & iz id 2BAzdataTh B, ZOHEEVY T AL A b E
BHEDOHZYTA A MBERENT, 2%y LTSIO/SiEAF YLV RA s AF— )b« FL— h B
5 v T EMEERIBIRT, Auvshiz,

B BT 72012, RSy F Y v ey — 7y DX, BAEL I 2y =560

_.81_



ERT ISR EE BT
Nbz0s 8OW% a NbOs 77W% © Nb2Os 56W% ©
. z £
= o) A =} = e~
= & ©olon > N & odndN o | s & 38 BT
[ e Z - %O
~| 8 o3|es s 5 S 5 $88% o |5 & pREEL s
s 5 5
5 < 5
<< ~ ~
~ > -
z G 2
2 g 5
L - =
E - —
20 25 30 35 20 25 30 35 20 25 30 35
28 / Degree Angle 26/ Degree Angie 28 / Degree Angle
510.7 Nb,O,DMEMIT L 2 BNNEED X#E/ 5 —
v DAL (2)ND,0:89%, (B)Nb,077%, ()
Nb,0556%
a
(1 Plasma center
Stainless steel
substrate
b [ d
3 5 2
z z z
3 £ 5
> - ~ e - - e~ > 5
51§ o S8% 5| § ©° S88% E 2
et 1 o vy 3 3 e v o ges s ey a T
=3 = s ;
~ ~ ~
= > >
= = ‘o
5 5 s
= = z
20 25 30 35 20 25 30 35 20 25 30 35

268/ Degree Angle

28 / Degree Angle 28 / Degree Angle

£10.8 PSRRI —EATFYUAFTA N A b OUBEER, RUTIA Ly = OB LS
FREEOZ(L | (2 OEBRO B0 K, OGE S, MIES5, @OE 74T 5,

89—
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BNN-—122 a

(440)

* Corresponding to
stainless steel

Intensity(Arbitrary Unit)

20 25 30 35 40 45 50 55
2 6 / Degree Angle

'BNN—123

N

(402
600
{010}
512
(442

= Corresponding to
stainless steel

Intensity (Arbitrory Unit)

20 25 30 35 40 45 50 55
2 6  Degree Angle
[10.9 FE—7 =%y b EROT, BoFHRPT
AR & N7 BNNHEBE O X SR ET Sy — >
(@) Ar :0,=90:10, M Ar:0,=50:
50 (volume% raito).

BTAMA N EEEEDOMOHKDlossIA X 1
7o OWCBEITE SR 2 dp o 72,

10.3.3 ECRMEERDIER

Nb,Os-rich % #—% v » % FH \» T stainless
steel substrate & Si0,/Si7 = —/v— E I BNN#E
BOBRCEI L, Lirl, BES @
peakiZNDb,OsD (200) peak»BNN®D (440) peak
DTN TH 2 »RAHFZ WV, NbyOs-rich’s
=7y b EAOTWEDTRHRIZZD LI KEZ
5N %, ZDpeakBWRET 272012, ZOIERAME
HIEOEEST (EEXER, ICP, FEFPotE) &
Tl FOEBFRIZI.HN), (b)EFKI0.61
RENTW2, ZOEBERA LIS TILDE
Iy —7 Y PO EED TIRERIL T,
TP EHEDEMHDOHRBEL TS, DED,
(@)Ar > 0,=90 : 10, MAr : O;=50 : 50, (WIZTRE
Nk IheDEBEESy I AF v 7ar
AREEZ L DOBNNTHBZ LWL %, 77, HHEX
2, ICP, BFtES I L 2 0MoERs s
DOWEHEIIBa, Na, Nb2&ATWwWAZ ExmLT

W,

#10.6 FEALHBNNWBEO LM (75  SEEXAR, ICP, FFPsh)

Weight 9% or weight ratio of

Sample No The flow quantity of mixing gas

K Methods of Analysis
regpective elements

BNN-99 Art O,=50 1 50(cc/MIN)

BNN-122 Ar 1 0,;=90 : 10(cc/MIN)

BNN-123 Ar 1 0,=50 © 50(cc/MIN)

BaO 5.79 ICP
Nb,O; 93.0 ICPp
Na,0 1.28 AA
Ba/Nd 0.051 F-X ray
Na/Nb 0.018 F-X ray
Ba/Nb 0.051 F-X ray
Na/Nb 0.018 F-X ray

[CP=Induced Coupled Radio Frequency Plasma
A.A = Atomic absorption method
F-X ray=Fluorescent X-ray

e OBG AT, I OEETHENDbrichy —
7w b (ND,Os89%) %, 7z, stainless steel
substrate (30X 100mm) {EA L7z, % OEEROENE
EASI10. 8@ RE T B, K10.8(b), (¢), (d)
T I A sk — o O & o TEIEE
MEDEICEDLDIERLTWS, I OEERR
BIE OB cMAEICERL Twa 2 & &R
LTwd, ZOEBEOREITE, BEEAF v A

2 E XM

1) J.R. Carruthers and M. Grasso: Mat. Res. Bull. Vol.
4, p. 413, (1969)

2) J.S. Abell, LR. Harris and B. Cockayne: J. Mat.
Sci. Vol. 8, p. 667, (1973)

3) P.XK. Tien, R. Ulrich and R.J. Martin: Appl. Phys.
Letter., Vol. 14, p. 291, (1969)
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4) T. Yamada H. Iwasaki and N. Niizeki: J. Appl.
Phys. Vol. 14, (1970)

5) P.K. Tien, G. Smolinsky and R.J. Martin: Appl.
Opt. Vol. 11, p. 637 (1972)

6) M. Minakata, S. Saito, M. Shibata and S. Miyaz-
awa: J. Appl. Phys., Vol. 49, p. 4677 (1978)

7) R.C. Linares and T.R. Gurski, Mat. Res. Bull. 4
(1969) 663-670.

8) Claude Brehm, Jean-Yves Boniort and Pierre
Margotin, J. Cryst. Growth 18 (1973) 191-195.
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B2 (1970) 2709-2724.
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11. RSNz & fPRDOES

AT EN TR B R TH 2 BNN

(Ba,NaNb;Oy5) #H YD LiF, BREOLWEER
BESOEBEREE 1 B U ORI 28
HT &7z, # L TBNN-BNRN(R ; La, Gd)D #
WS DBEERSE FFICEI->TFOEHNERE
Jo 3 Z Eid sk, £7:SHG (second harmonic
generation) S FHICK L TA M ¥4 24 &
Vw7 BNNL Db LEOHEB» o BRINT
HERIGENPIENTWA Z EBBHLMICT T2,
FEZHLWHERE LT, BNN-BNRN (R ;
rare earth element) REVEFFIZAIR Y ENROE
WHEERICK L I ETH L, T 5 BNNOE
ik %@7%»77x%ﬁ®§mm&mbtoi
T2y R F Vw7 e 5=y DR EEZ
:tmi@ mﬁﬁ%ﬁ@*&m&mbtobw
L, ZO—EDHFREBELT, HILIFKRBEES
N‘%Fﬂﬁiﬁzﬁ#?&%< horrtEzZONS, T, BE
DT H B3, ?Fnﬁ?’??ﬁﬁk%mfﬂ?ﬂﬁﬁ%iﬁWE
BMETAHIEBLETZEDOL > HEE L -8
S[IFOMENBETH D, I F—rPELT
Gd, La, NdZ2WJTk<, 2o ELREY

WHTEIEHEZD I ENEE L,

¥, TOWHEEBEBL TCHRE S/ BNN-
BNRN (F+#ETHR) REGEEOFBAEOEERE
BICOoWTHRAL, ZORARHEESE L
BEnb 3,

F-BNNHEBBEL TCTH2H, BHEDLZ
ANICEDIGBICFE > TwiF 2[RI 720,
L, BMEERSHE I o FEEEE LTO
AJREE BT & B,

% 72 Z DEEDOHFSE % 8 U TsputteringiZ £ -
TEHESRNI7ENV T 7 ABNNEE I3#£400°CT
fEeuit 3 2 2 EBErD SN, TOHR» S
Y %&EBT, BNNOZEBHERARE2ES 2 L 2%
FBIZ L7z, DED 7 ENLT 7 ABNNO#IGHE
B - FRE, (IR T b chemicaliCiFHTH D,
HIP% Al EBNNOEREEE (2 ORE cBaal
BAL) UMTFTBNNOBEHY S s v 7 268 T
ELUMREMS D 5, IDAEFEZNIEZ OBBEIZIE
BIWEETHY, HRED L WSHGEFN T #E—
A TEEHFRLEEERD 2,
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12. ®F %%

(FFgessk)

(i)

BIRNEA, mfEkHE, BBRTE, & Z&E, K
B, RIFEIT “CziBiz XL 2GSGGHEELDE
B ESIESAYEE R ESHEES  IFf6L
F4H,

EREEA, AR, A Caikic £ 5GSGG
HEAEAOBRSEOZEE)” F18ERAKEEN
£ MFEA61E - B,

BIREA, BAHIEE, RE %, & FTE, K
AT “Gzikiz £ 2LLGG @ Cr+BiEROERK”
BATEICAY Y EiEEEs  BA614E108,
EIREAN “WEAEER LY — BB ESR

(Cr3* 1 GSGG, Cr¥* | LLGG) "Nod17IGHE
MESRlE - HeEERLE SRS E624E
1H.

(i)

REREGE, LR %, HAE=, miEZ, AR
EE, BEEE“Bi,Ti,0MER0OH B &
T UREL A STHEES (RIER)
HEFI614E 9 A,

HlE=, P. Abelard, J.F. Baunard “CeQ, - Y,
O DRAEFZA 4 58 FEREERELR
7 EfRA A =2 ARTEme (RER) BERI614E
108,

HAE=, M, “SEHEBI1L, Ti0,0 7 < 9% G
e (WE614E 9 B, JLK)

HE=, BEREZ, ARESE, HEE—"“SrTiO,
EERAOETHTEERG SXEETHRS

(KRB HEFI624E 1 A,

A E, WRER, HBES, KRR, B8R
1§ “BEBEESA 7T FEREOER" 5
ERTEme (SFLIR) MEFI614E10R,

A %, HPE=, WEER, 8F 1, “Ed
BEESA vy FEEROGHK” £ 154
YEYRY YRV DL (BE6IEILAER)

%R

(FFZERR)

(IO8H)

s lE =, P. Abelard, J.F.Baumard, “Proprietes
Electroniques Nonlineaire d'un Conducteur
Tonique, Ce02-Y203”, Reunion Annuelle du
Groupe Joints Intergranulaires et Interphases
dans les Materiaux, France, 1986.

HHIE=, P. Abelard, J.F.Baumard,“CeQ,-Y20,
DRFRBFEA 4 (o8 | JEHRCERELRF,
BIEEEA 4 =7 AFHwe (ERI614E108,
HE), EHE—, HARES, ABE—,” Bt
HEp N A ORFROBE”, EEHETES (B
fe2E 5 A, FEHE).

e %, WWREER, KRE—, HBE=, &
&, “Synthesis of Sintered Diamond with
High Hard and Its Properties”, 87 Internat.
Symp. Exhib. Sci. Tech. Sintering. (FEF1624E,
B,

=8 &, HYE=, UFEEX, B 18 “cBN
DEFETTOMBEES S A 4 — FEE L 20
ERRE”, FBECAYEY s (BR624E 3
H, &),

HoE=, P. Abelard, J.F.Baumard, “Nonlinear
Elect rical Behavior of Grain Boundaries by
Complex Impedance Measurements”, Inter-
nat. Conf. Solid State lonics, USA, 1987.

HEIE=, fi, “BB(LEE$H/ YY) A5 DRFDOEBIC
B>, % 3 [E5SHE 7RSS (IBR624E 9
A, ®%),

=5 &, HPIE=, WEERXR, & 1, “cBN
DHEBEFOER (1) ipnE& 5 A A=V
B4, 528 & AT i & (BE FU624E12H,
o

=B &, HPE=, LEER, B8 %, “cBN
DEBEFBHROER (1) pnEES A 47— 1E
BI”BORES A YES R YR T Y A (IBII62
HE12H, HH),

i E, BHYE=, LEER, KRfg—, B8R

86—
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1§, “Synthesis of Sintered Diamond with

High Electrical Resistivies and Hardness”, ’
3rd Internat. Congr. Sci. Hard Mater., (BEf0
627FE11H, »vve),

TR & =Z8 &, fEEE, OhlE=, WE
fER, “cBNpn#G O, H352NHY
Hae (IBRI63E 3 H, ER),

ZB &, IR & BEPIE=, UEEFR, B
ETVESLOcBNOpnEI & 4 A —F I FRED
EARFERT", EdCAYEFES IEHI63E
3H, B,

LR =B &, EES, HPES, LE
&£, “31 AL (Zincblende) Z1LiE 5 5% (CBN)
pniESIC & B EHHBLED”, v 7 baL
FwR Y ABERNT—7 v ey (BEFI63E 4 A,
BE),

LR &, =B &, fEFS, HRE=, L
Bk, “CBNEIFHS A 41", BRI
& - HOLRE s HEES (IEMe3E 4 5, ®
o

W, RE M, HPEZS, RELk, R
B, #UBA, “00KVESERESTEZIC X
LEELMIY (Bi—Ca—Sr—Cu—o) DA
EREIEREAT, S 4410 H 4B F SRR - S TR
e (FBA63E, (1A),

NEFESC TR O2E, WA, HPIE=, NHE
FHE, BTG, RNEE, “BEEvI Iy 7
ADFERE b A VIEREIC L AEIET, H35H
ISR (BEFI634F, 3 AERD.
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