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Abstract
Two types of sliver-based interlayers, Ag-Cu-Pd and Ag-Cu-Ti, were

selected to join yttria-stabilized zirconia (YSZ) and stainless steel for solid oxide
fuel cells (SOFCs). The microstructural characterization on the interfaces of
joints was performed by scanning electron microscopy (SEM) and transmission
electron microscopy (TEM), each equipped with an energy dispersive
spectroscope (EDS). The bonding_strength--and hermeticity of steel/metallic
interlayers/YSZ joints were also evaluated. Microstructures and mechanical
properties of joints were correlated to evaluate which metallic interlayers are
suitable for SOFC.

As for the silver-based interlayers, two 58Ag-32Cu-10Pd and 65Ag—
20Cu-15Pd interlayers were chosen to join steel and YSZ. A Cu-rich phase was

formed in the vicinity of the YSZ with a significant amount of Zr and minor



amounts of Fe and Cr in solid solution. The CuzPd ordered phase with L1,
crystal structure was formed within the interlayer matrix near the steel. In the
steel/58Ag—32Cu—10Pd interlayer/YSZ joint, Ag particles were precipitated in
the CusPd phase. However, a a-Fe(Cr) needle-like phase existed within the
CusPd phase in the steel/l65Ag—20Cu-15Pd interlayer/YSZ joint. At the
interlayer/YSZ interfaces of both joints, SiO, (impurity in YSZ) and TizOs (from
the reaction of YSZ with Ti impurities-in-the steel) were observed.

In the steel/68.8Ag—26.7Cu—4.5Ti interlayer/YSZ joint, the Fe from the
steel reacted with-Ti of the interlayer to form an_Fe,Ti phase. In the 68.8Ag—
26.7Cu—4.5Ti interlayer/ YSZ interface, two reaction layers of Ti,O; and
Fe,Ti;,O were observed in sequence from the YSZ to the interlayer. While
Titanium was very active and reacted with oxygen from YSZ to form titanium
oxide (Ti,05), Fe diffused toward the YSZ to react with titanium oxide to form
the Fe,Ti,O layer.

The hermeticity of the joints was measured using He leakage tests. The
leak rates of steel/65Ag—20Cu—15Pd interlayer/YSZ joint and steel/68.8Ag—
26.7Cu-4.5Ti interlayer/YSZ joint wewe 2.3+3.2 x107 and 1.5+1.1x107
mbar-l/s, respectively, indicating that the Ti additive in the silver-based

interlayer could improve hermeticity.



The interfacial bonding strength of the steel/metallic interlayers/YSZ
joint was evaluated according to the “ISO 13124 Test method”. The tensile and
shear strength of the steel/65Ag—20Cu—15Pd interlayer/YSZ joint were
measured as 12.1+1.9 and 36.2+10.4 MPa, respectively. For the steel/68.8Ag—
26.7Cu—4.5Ti interlayer/ YSZ joint, the tensile and shear strengths were
16.7+£4.8 and 40.2+8.2 MPa, respectively. It was believed that the formation of
Ti,Osand Fe,Ti,O reaction layers in the 68.8Ag-26.7Cu—4.5Ti interlayer/YSZ

interface could increase the bonding strength.
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TERYS 600 2 700°C FLE ARG B 0 R AVET R FHR
SRR RS SR A FETIET LAY o BT P AFAIMET
BOTAZEFEBEAE FLEEERE AR T R RERY > H P
Toed g E T 758 80% > A F i g & B AT A -

1 : Hy+CO5" —H,0+CO,+2e!

ik 12 02+C02+Ze'—>C032'

5. Ei§ 23 (Solid Oxide Fuel Cell » SOFC)

FGF AT R AR SR T R A2 £
FuLrEsART o BFFRESALEY TSRS B E ¥ R
R F 1 4R(ZI0) s AT e (IR A B £800~1000°C - H EBLE A G 4 E
& (4P 5 4 A 7 1% § 5> 7 & % 7) = combined cycle

BT T 165% o SOFCT 11 ff & 2 23 5 %o » 718 &3 BRE

St

T T FORERE D E U] F MR T2 SOFCE (R ® 4 DR

R REFRFERREF 27T -



SOFC H 7 =& 3 (1) & 24 4&(Anode, Fuel Electrode) ~ (2)1&
&2 7 % #&(Cathode, Air Cathode) ~ (3) F 48 ¥ i 4 T f#(Electrolyte) ~ (4) &
= (Interconnect)¥? % 4444 #L(Sealing) & = < = i# “rﬁo T4 NSOFC #1777 4
Fig. 2-2 -
(1) H1&(Anode)
poavd yhdk * Ni-YSZ % 34 1 & 18 5 SOFC K iattfl 2 M & f ¢
@%F “F Ly BraRitBERESO)TFETIF R (0F HERY A F
FERRAT (ARG ESTETHET R @)F T iEHas L
PR FESAFRR A Ehe (O FapREEE 4 TR ER
BREMNZHAIES - 2BEHRYSZHTr 4 QX ¥ 224
25 (b B e Uik lica @ 4T CO)FRFBRETRETTS
&EF e
(2) H4&(Cathode)
Pl its - i F &K - 5FTFREET T4
B LE P HR(LSM)-SOFC2 £ 2 £ 88 % § L7 1 1%,

HIEEY R & & (B REEY P ERTEF S O)TF FT R E

,c\«

T35 24 > 2 2 1000Cr2 T pFEER % 177 i 420500 QMFem™ 5 Q¥ F £
ROEERF BE T VEOR S (A)E T F BRSO T

(e)d 2EF|1000°C2 B L7 22 st (NETRFYSZ2L £k ™
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e VA o FE i B R R R f%@ﬁiﬂ 2 'ﬂﬁ ?f AR o
(3) Wi+ T f#F (Electrolyte)

ok it § i g (Yttria-Stabilized Zirconia, YSZ) # SOFC# 5 #7i¢ * e

TRFHE > AHEE G TR

o
%r

PR HT IR 0 R R A o
b. TLIEF 5305 o4ea BAER IS L ¢
C. fftes VA I2HR:R REARY i F4F b 2 fE T2 o
d. &4 r BP0 5 7 fefp B (i o
Paig3F 5 B 2 3TR BT HA 4ot Bi0; ~ CeO; ~ Ta,0s v 12 YSZ
P EIRALR W 2B R T R A
F 40 1892 F g ARF RIS 0 - B LA RG X ARG LhE A L
THEE - d MWHEBTREA S FRTAG RILART omF

L{Hm,p Q‘Lrﬁ 1§ 2,750°C » Eﬁ-”%ﬁ/%ﬁ

“\%—

=~ H 548 01930 & F P 4 % T
AL g gicg > L2 S HMS R RN S AN
P X T F M40 BT Ivad V> e KX 3 & 2540°C ehg 8 2 4 &
s o 218 1937 # L WA F R M. V. Stackelberg 2 K. Chudoba ¢ =t i

gp B 1t (metamictization )14 7 ¢ 3 o enE f = 3§ 14221960 £ * o

2 B 5 7~ Y.Roulin 2 R.Collongues B4/ 7 2 £ H & = > 3 14 42 o
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-

-

z

E /“'l EIBB #B

G
ETTRS

§ & 5 F & B 44 (polymorph) o F i PF R L
(monoclinic) » % B AR 2 % 1 1170°C pFd H A S ¥ 5 & > & 4p
(tetragonal)> = % 2370°C P d & = fpip i % = = = & 4p(cubic) > *+ 2680°C
Y EcE

XM R A BB ET F P Bblde D Y,03 ~ CaO ~ MgO
Bk MG EEALF 2 R F M EL - B4 1 Bt
FLo RpRE TH AT RN SEAELET A
(1) #F i 42(ZrOy,)

RRA G Tl R R AR e R B RIS~ F 4T
b e MAGEIE R BDE T U 2L E B oAl B R C BB S

Foig LYEL A o d IS & 5 5-7eVe

(2) #n4 % 7T 5 i 4 (partially stabilized zirconia , PSZ)

N

W“lﬂ
ol

% AL BT AR ETE LR ANEA

8 b

i

%’/,"j‘ de

praad
PR

e o g AREEAPF V4 (Zr0y) W BT 7% B> &)
AP GG A H T AR AR e G B A AL ST o
EF L8 (LZr0y) i » & i t-m-ZrO, crjp g1t > = 2 Bf#R S 2
HaA (M-ZrOy) » M tom p 1 1A 2 BB RG A K AP % &2

RS »f BT RS R ooa e Bl R NP SR kT
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itk o de Fig. 2-3 0 2 F 4 ot AR FAUR S R PE 0 A
AAAAL tom ML ERE A EPR T GG A T T B
AT Ui 0 Ao Fig 2-4 917 PR X RF VLG BHA B A

RS S S

(3) > = it ¥ i 4 (full stabilized zirconia, FSZ)

e X B2 TH > Ry LEWHEF2IVEE LFE DD Sdp o B
HBERF 730 2 5 ik g3 S48 (Fast lon Conductive, FIC)» = > % Z_
FrEgF R of GRIEZE BRI I E RS FE T E T (Solid

Electrolyte) -

(4) #1=7F (Interconnect) 2 & 34444 (Sealing)

B AL F A T R R AP AR T RS R e T
o A THENFGEE CRREEAY o T REE G g 0T o B A
FOlR TR B ML & 5 3 402 dLse fl 4R (Ca-doped LaCrOs,

LCC ; Sr-doped LaCrO;, LSC) ~ 4445 & &£ 1 % 7 444 % o LCCE F {%4F ehd

BORF M 2E BT s 02 BSOFCH # A i 4p T fe g R Tl
R LCCHER M d L » 2 2T > @ 2 P& E R (BTN

FIEF R TR S A 280%) o Flt B ow T 4r sNSOFCH s * 4542

-3

EERG ML BRI AL o MEE AN RATALT
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TA R o R LR RE 0 0 7 s RIAP 5 T E ;X SOFC ¥
DR AL e

T 45 5 SOFCH # #4448 & £ &% 7 H45 H 1 B 4200 B 4 A1 & o 1 4
1 NEFRE G A R c A RA B RHM I T EN ALY
PR s R R L — 0 % e R T P AT B2 (SOFC)fr BRI
Fengdt e BEEB RIS NRFET FHEE LRG> 12 2
AL T o E il R SRR E R e o B L R -

BT 5 B P - F MR A G AR B = 4 38SOFC

1

~.

b

=1

BRSO A B 2 pkad (AoPrexysi i) & I /1R SAE S HALE o 2R
AR AR T EBE RN S T g B S I/ E A &
oL e

BT 5 1 SRESOFCY » & B¢ 1 L an# R liceh R AL > 4w
FH I 2SOFCY 7 &k i — B ee > U7 fhdy cH# IR T3 #ici? SOFC
PR AT 5 T OGRS ROUIR L B R AT o LRI e

i & - 5 Crofer22 » = 5 -4 A A o
Crofer 22 (Steel)

Crofer 22 APU" £+ st 8 18 c57 4 4k > < % ¥ 4 IR ehSOFCH >

R R B EI0CH » € adg ) - Rédemy L b4 Fahi g &k
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ek F PR R 2 B 8 h7 EF - Crofer 22 APU 4L 3k
7% #ic(Coefficient of Thermal Expansion)4p § M- §2% it 42 (h#V8% h ™ fie o
EFgrRY A FRATIBRI0CHERT S ¥ o
Crofer 22 APU 45 4 5

a. B BREIERGOF 4 T 0 FEFD G LFORFAE

b. &g (v &

C. LR *E &

d. M e gk % i

e. ¥ ' B B3 YHeahg B

Crofer 22 HP&ag i+ 82 5 d < 28 &2 Crofer 22 APU- 5 1+ gy w] s 2

®_ Crofer 22 H-E_zx:2 7 Crofer 22 APU:SOFCx {78 B T e (3 8
B A& Hdw i 7 g d »Crofer 22 APU - £ * Crofer

2HT i E R A A e

2-1-3 HLF P RPET A L TRE

ALF PR TSR L3R T L BEF 43 (0D 4 AT

CHLRPBRT ELFERMARF - RFERTCESFITIHBREF W

AL E Y 2§ FITLIAHEF (V8 o °SOFC2 Bt ®AcFig. 2-5 757 > ¥ % &
RIS HRPF 0 § F(O)EITF(E)eF 3 %ﬁ—‘*(oz)
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0,+4e—20% (1)

BREOTHTIATATRYS QT L8 ERSRS S Sivr T 5iET

R ahf 200 TR iBEp o D (4od ) 2 - § V8
AT TR 9

20%+2H,—2H,0+4¢" (2)
0*+CO—CO,+2¢" (3)

METAZREF Y R EF BRI QT R E
F2F it dkmr o Lok Rl Ak F AR - F MR

LT 0 (B % - § R AR S L R -

2-2 ERMIELE PN

B HAE 3R - af B FUF A B B R Ry B

\z‘\

MR F TRl A Rk 0 2 M (2 gk & R R E

ﬁ\\ﬂ
bl

23 id s 3RS B F WA AR R PRR - T L)
IR LA BRI APRE A TR L F o
dOTH L A BT SRR T R S L g i
MELZR S EREAGEHREAEE- g8 E S FEE > 245 1 (1) Fla
R HTSES Lo £Hh5 £t A FLBpRLEs » RETER
Lo BRIV b & R EE S 2 IR (wetting) > @ i D3R & ks (2R T

Bed BB o 0t A A PR L nd X TR R Gl B g AR
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PG AR AARG RS VA g AL T R 2K 3 ¥R D
WRETERLULOT % Q) RAMPAEN XL 2 2 pEpr

A2 FaEe AN THEFE  BALERR LTI RS LAY
EAR O RREEG X RE s IR AR

FrochiEp & B R ’ﬁ Agﬁg-ll‘Auftklz‘Cu%n,ls, "z Pd&“’ls .
Hanson®, Singh® ¥ § #% 3] > 4rir E # SOFCY th4 b & 4 2kg 1 (1)
ERAEF A PRIBIE(QERIGHRTIE N F L (3)i 53 &SOFC
1 538 & (700~900°C) ¥ Fii i ~ F &k ~ S de it~ S 5 (4)F] 5 HhiE oh
A R R CTEG 7 7 fledrad &8 e i 4 o h#lzﬁ}ga‘&ré * Ag -~ Cui
AR eap bR > O Ma 59 AR OR ER ARG F s
Ti~ Zr~ Hf ~ Pd s Ti ~ Cr i 12~ eidiofloandh < $H1 5 e > A
WOE (e Bt LR F e SR E s P o B T RS o

PIAQ -~ Cus & & eniE g Rasal o 2% ki £ SOFCehe & Bl 4 >
Bt F AR EE O MR AR F BRI E A
BE G EnEa g H T o Cus Agend B4 e 59 @ 2 Pl B BT
H o> Cu~ Agenii#4 th e A %) 5 398 W/(m-K) ~ 428 W/(m-K) ; Cu ~ Ageh®

“iA B 56.0x10° Qtmt +6.8x10°Q T mt 4 # £SOFCHR* T F o

E=H

F) % £ B (Cu : 17.0x10%k ~ Ag : 19.7x10°%/K) e W 98 4 #cp 1 % (YSZ

8.9-10.6x10°%K)# ™ e » g7 F Y 0 L ECU~AQE F R B > T
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By EATRE
IE AR PBRARENSTA LR FS CH BB Se o
BERIAHANEHS O AR IRELE  LF L LR ILTRTEARLS PP
oo B TR R 450°C T FEG #0% 5 R R d450°C  RIAL S AR >
AHERE B BB BRI ARG BER Y o R ARG G
ME AT BREL AR 2 8A2 NG F B AFRASTT 22K E -
Gl AR Hs - e RO IR IR AT RS R R LR

SR AL o 10T R BE k£ S R o 10

1. #+cd & (Diffusion Bonding)

AR S g AT R 2% gy B4 (M hd 6 § 58
p@w%%ﬁ%&ﬁfﬁﬁgﬁﬁi@%imfﬁ%%f‘&%%%W%’
Frd AR BENT SRR 0 Rl A 4 R RIG o R A RS A
IHEC e R BE 0 R S FWOT RFARE o FlIRE B
PAR AR iR S L B ¥ € A4 Kirkendall Void » #F & 3 &

WE2ZBEPER > LA Ko

\1-

2. B %R A % 4P i £ (Partial transient liquid phase bonding, PTLP)
RERERRARE G Z N BAFEEEPEE R R A LR 2P B

PR ERAP-R R AR il R ERIAF R e A2 kAR
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i€ Hgar 3 e &2 2 R DRI (wetting) 2 vtk o ip B R W ¢ 1S

>

QO 2
A2 =N N b

MERITE R G4 a P BRI s sr 4R % & F

fag

it AARAp D FH R AP ER ARSI BBRIARAELF oA P A

Y RN

Fs

3. FEE LA % (active metal brazing)

i

e
-_\_.
\_.
S
O~
[}
v
T
B>
c\’ \
2w
F_&
=X
po
™
=
P
| —

MRS EX TS LA A
FAUEF R BEE T - AAAHR AR AL EFEEE W
FARSERRLBERT RS- A2 0 FRERER S AGA ~ A

Yok > @ ¥

3
™

A~ Cuhr 2 Nighip RTiZr 2~ 3 Bfiakay

2-3 E FRIBHMT

R ERS FELL ETNR L PR Ry

2
PF AP LGN AR E SRR R F 2R R

TR - BT Gk e

2

FAEAF B EH901~1nme FIRLF A F T RAETG ~ o kF LR K]

NG E E EREOBER o - KR AT IRE RS o CEF WISIAER
17



NFEPFHLT R A R ET LA B LR

put
b

j
ot
By

wF

IR

>g
(s
W

i
iy
N

S
i

UG E o F AR AP HERZAGFHAL LR

Mo G RENE LTSRN E LSRR R B L TR BT
¥ Z;Q’i'; Flg 2-6 5 4ok =tk Jb ;F [ [i 4 Kx?f%l%ﬁ,ﬁ“—l%ﬂj =z, fE—’EEf':iE I LT

LSER G AR RS EFIES R T LER kRS EFIE S R

WL L RER  RF FENE RPN ERF T B AT W

W

A= /%

*3"?

F IR A

#rra] stdccH 9 % #.0°C > 760torr/R® 4 P » lec#8ff 2 # %2 - 1 stdcc/sec
Bl 5 20°C iAF v p *HARE X 5 760torrps= 4450k » 1cc2. 4 %8 o H ¥ i
w 7 torr-1/sec > /Atm-cc/sec... & o
2-3-1§ F RlERREERH 4

PEZARIINTHEALNEERI GRS T F i SR T
TRLZ BTG F 2 RYORIAPS RS TR B A acgr o
Fig. 2-7 (@) 5 #F » BB > §F W7 52 2 v (RA)DFARE 5 (b) 5 F 57 R
BmPE o F MATEEZ D e AR (C)F T ERERET o

EPT ORGP K R R %‘r;:@t RIBVLITEE G A ARF 2 R AR
AT RERIESFN S5 EFEFEBER A E T HRER

ST HA T EAL AL TLNT R LA FNFE TS F EAH
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o
ﬂ?ﬁ
}.\.

\ W&

F %8 4oFig. 2-8%77 0 i ;‘Elj)é‘@v?.‘ 3 gj;.?;‘r;% g3 T

N =

=
4
8t

<
I (3

SR F ST o F F B R BHE ST L B F b
FlERBFHFEE= AL o
(1) 4 7 45
AZFELHRE REZATUENTHE L KB PRI FRH
(10%~10™"* Pa) -

(2) T4l 5 &

S

R T AR AR F EAE RIAEFAR ST B g

i #* IR & A s e R g *? A4 S ivs gsd |3 g
Resoit wier g A GE BFRT 4G 2T EERE R 0 T A S

Yo eEE S Bep 2B R e e

4

FORUBRDBEL RGNV A I QO FITHE L REF R
Bergp TV RY L FRTAZEE FHIF I RIERY L 2o

WERRE R B2 0 c B A BF A RGZETRAEER R YR

FERE s S TiRF AR TR o

19



2-4 BRLTER

P Rsk - B RS R R O T ORRE R R R R R
R AR RS £ PR BT RIR MG & 52 6 55

g b N RRERY TR TARERE

(D)2 R e BREPBHFEE B BBy A G RiRE 5 8
(CFRBiEE ¢ HFHRER ST

AF T B upl AR B E SO 13124 : 2011 > ¥ipH_ %2011 du et
Sk o P R henE R HIEA R R RS LT Ak d RS B

L
[

L3P REH R AR E R RPRBERS LE T RS

ETTRS

#
4eFig. 2-8(a) = BIFET &4 r LB > 05 F Fend 8 FL P E s 4 o
EoLRl s E G s (D) RRERA T LBl L aFT S B4 gL 7
2l - BEUA SR AR 2o g B B4 B (0 FERE

B o R 2 LRS- LRSS 0 B IR E G K 2 8
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Table. 2-1 # R el 3 4 sF A1 2 AL A 4F 0t fi o

T 128 R T i A T G i A
- (60~2007C ) (160~220C ) (600~1000T )
) ks R B | B St
BHEHE | T Fxmems | smmage e it
ERABE | 4w (aFC) | @i (PEFC) (PAFC) pe mA L
' ’ ] ( MCFC) ( SOFC)
BR - RABA- | BR-ARA
# b, £, 8, 8A -~ P& 84 . .
(o AR THAA TR AA TA -~ AA TA AR
B aTF OH H H COy" o
B #h B Tl <0.1hr <0.1hr 1~4hr 5~10hr 5~10hr
. ~ EiRHES K | HRRHES - B
855 Bk | 0T S - R - _ )
1% %5 o B R | oRECRNER [ RE ANER
ER YY) & - fdpth
A g£h
o S E AL B
sERSEaME | BASY - BExRF | aHSHE T | Bk 8
1.3 43 PR B i ~ & 4r
e 4 D f8 4 918 R B e | A bhen B R EGH
R Y
5 H:+20H— e Hy 2"+ 26 H:+C03 — H:H0:—H0+2¢
& 2H:0+2¢ HO+CO5+2¢ CO+O° =0+ 2e
R
i3 i | 120:4H,042¢ N i 1/20,+C0,+2¢” .
# a e 1/20°+2H +2e—H,0 | 1/20,+2H +2e'—H,0 —_ 1/20,+2e—0"
) —20H —CO;
A [
pE
% H]+]-"203—’H30 H1+] 201—'“;0 Hg+”201—’H:O Hg+l 203-’]‘[30 H3+]-'302—’H30
=,
BExE 60~70% 43~58% 37~42% >50% 50~65%
RERITH | 8~ THXT BELHE AESHT
& - ' A nESHER | B AT
Pr~Eimd A H~EEER By ~ A ERK N
B~ ERER
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il R R

PEMFC:§ FXBBMHRTL
MCFC: 1% st 80 MM 2
SOFC: (0 8 St dh Mt § b
SOFC/GT: 1 % Ritdh it € e/

10000 = smmitshs

100 = SOFC

PAFC
m .
!

PEMFC MCFC

tem/
TIRAEN

TEMEN
Ll HEREA AANTR TRYETR

Interconnect
—= Anode
y : 1 Electrolyte
A g
—) Cathode
Air
Cell *‘
fepe.at Interconnect
unit
Anode

Fig. 2-2. T 1= SOFC 17 & W -
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Original metastable ZrOz (ertragonal)
Martensitically transformed Zr02 (monoclinic)

Stress field around crack tip

Fig. 2-3. o4 e b Rl s et 2o

FEEILBRE

P
Y
.....
LXN

192 & #F
B ILIB R

—— HEIER

Fig. 2-4. Z)42e 0 80 o 4 555 40 % 1 BT bupn O o
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Electrical Current

e
Fuel In e Air In
= 1‘ 8- S—
_|e-
o=
=
o=| |2
Excess Unused
Fuel and Gases
Water Out
- Y
Anndef I HCath ode
Electrolyte

Fig. 2-5. SOFC &h1 {% i 32 -

BB +HEBR

AR

Pressure

outgassing

- Pump:n¢ -— —— w:hndt
| lsleak, leak
1 i
Liquid Pump Time
Nz valved

off

Fig. 2-6. 2472 2 BliA 5 7 k& BRS5 B -
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(@)

Interlayer

(b)
H? YSZ He
i e
Interlayer
Steel i
™ Hole
Vacuum
= interlayer
Steel Steil‘ YJSZ
Hole

Fig. 2-7. 23 P RUAR > F Mari752 > » @) 4B (D)RIAAE S C)5 FEREREY -
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Fig. 2-8. gl 4 2 24

T AT
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Key

(a) 1 loading, supporting and bonded area
F applied load
g uniform resultant stress on the supporting surfaces
3 1
q § q
(b)
F -
f 1
q
(©)

Bonded area

Fig. 2-9. 3 3 * 1SO 13124:2011 + % 42 & chff Spli2 2 ()T &+ s (D)3 4 Rl s
() FHE#Y -
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Chapter 3 § 5 = 2 & 4 3
@ 5% /> |11 68.8Ag-26.7Cu-4.5Ti ~58Ag-32Cu-10Pd « 65Ag-20Cu-15Pd
s L steel 2 YSZ - B E2ZFEFEF LD A o A T

(SEM/EDS & TEM/EDS ) « 4 5 i Az Bl 4r Fig. 3-1 #r7 o
3-13EP 2

% A ks 5 7 1709960450 B S Bt & 2 A (<0.19%4 0 B
F > 45 > &% > Allegheny Ludlum Co.) o 3 it 4 ;“‘”J 4c. 3 mol%ng it 4z 5 T
w407 LA EEF 25 8 8RS A P-4 ch g ih A Y
%= 68.8Ag-26.7Cu-4.5Ti ~ 59Ag-31Cu-10Pd ~ 65Ag-20Cu-15Pd ( Morgan

Advanced Ceramics, Hayward, CA » & & % 20 -60 um)

32K E#HTLUA

BRI E ey lom x Temx 25 mm a0 o £ Rk G oh
TR Pk 2 (S KT a5 V2 £JHI5( 7 2 1om x 1emx 0.1 mm
Sp)EAAER T ACE R 10 A4 kR AR A R A g
FoRGFE L RICE Y AR c BB B RS HE BT NIRRT 4

W Y B¥ % E(UeFig 3-2)% 4 B4 H 03N, ERE 2T
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BEZI~10° Torr > L AESE B HaE &R R (9335 8 20°C 2

T FRS A RA I F R LR DR B UL

AREHRFR S AHBDERFEEAFFIN A ERBHNRPERER

(Liquidus) 20°C = + » #7121 68.8Ag-26.7Cu-4.5Ti % 920°C ~ 59Ag-31Cu-10Pd

% 870°C 12 2 65Ag-20Cu-15Pd 3 920°C -

CECRAS - R ]

BERHLFEAT

B EEE PN 4G B2 £ SEM 12 2 TEM i

74 5 MBS AT o pilm il e T o
(-)SEM & #

A B B 7 214 (Low Speed Saw, Isomet Buehler):sh4ez 7 % - in ¥

] Ya=d

P AR F P BRE Ha b #Ed 2 alL 10mmx 2 mmx 1 mm

R

<

Aol H B A AR AR o RRAE SRS AR
B Ao oo &R 180 % 320 Bz RF) A £ A %02 3063105 pm
2T R MR Befs £ 2 0.05 um 2 F 1 gEds ek o ek g 18 kA
FART R ERF TG FIIREF TNy M (M R)IAS P ER AT

TLE feiE B A oG AL R4 (Auto Fine Coater, JFC-1600, JEOL Ltd, Tokyo,
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Japan) £ 4%t - K & (Pt) - 1 b SEM SpHIp R A L TR AT

(charging) i % o
(=) TEM z %

AR AL E R EE TEM # 5% 0 /i & 7 5 (cross-section)
YRR S IACT o F L o MBS EHET 7 P 0 T LD 7 A
F Uz EEAG Y B gS 35mmx 2.5 mm x 0.25 mm & <
o B BR e L ST o kA 18052320 HLz kR A E 0 |
£ %12 30~ 6351505 pm 2 450£) AFTEE 0 (8 £ a4 0.05 um 2 F 1 4F
Fodosk ook R B RRET e 0 L EF L EL AR L IR R
% 100 nm 2 T oot #-4p (Mo) B AR G R F(FlF £ himPr. 27 Cusxizo &
FEDS = > & 47 el ggtd o SRt MO B~ CuTk) @ B8 £ Mg B
i& ¥ (Precision lon Polishing System, Gatan IMadel 691, Pleasanton, CA, USA)
TR S RBEFPF R SLR NN EF TEM s @ 2 2 TEM

SRR -

3-4 HBLA 17 R B

e T T BACBL(SEM)™ BRI ¥ MO 0 KR B A SR

(EDS) % & A 47 » ¥ FE % R 2 S 2 F fodp ;7 & HE wfichF bdn o B
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@ FSET 5N T S M (TEM/EDS) & wit— # G » £ 00 3%  deit

F197(SADP) i+ 5 & 452 4p 22 295 -

3-4-1 # 4 3 T+ B4 (SEM/EDS)
NP BT B SR Y T B4 (TFSEM, JSM-6500F, JEOL Ltd.,
Tokyo, Japan) 4% 1T 7 & 20kV. 2. # o 4c&h® 5 = §(BEN®Z = st 7 F = i

(SEl) » BLZ7 4ddpe § 1 245 & A o 2o iR e

0

it i B A Rk R

(Energy Dispersive Spectrometer, EDS) 238 & ¢ & 4p s ~ % & 47

3-4-2 5 % 3 T+ k& (TEM/EDS)

AF KRR %‘gé TEM (JEM 2010Fx, JEOL, Japan):rp' 425 22 i (Bright
Field Images, BFI)E % /6 chpcBL 1 > & 48 ' it & 4§76 3¥ & (Energy
Dispersive Spectrometer, EDS)# 24 2 L 2 & 2 $7F T~ % B tt ] » T 1Y
# % ¥E5+ Bl (Selected Area Diffraction Pattern, SADP) i 5 &z Ap ik g o #-
718 Pz SADP £ | * Pearson’s Handbook of Crystallographic Data %
POWDER DIFFRACTION FILE #1 ¥ 3] 2. & %8 %2 Tﬁ 7 L 14 Carine
Crystallography #: %8 » 2= = space group ~ ¥ #cx B3 ip$ti=% % 4p M

BT > IR MR T A H T ERTS S g
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TR EEE R AP HrY 22 TEM (JEM 2010Fx, JEOL, Japan)
FUEISORAE > F 25 Ffan AR > B ERGFLFRG 1%+ -
35 WHILTAH KR E
3-5-1 § # RIA R

Fig. 3-3 % % # #l& & (Helium Leak Detector, ASM 182 TD", USA) - &_
Pk g it PR RE - Higgky 1.7 X @ JF,Z;LEHD%'IJ%’% ; 2.V R~ 4R
T F it S 3% F R A XE B g WER AT REATR T ATER
Lo d FRIGREFE- BRHEDFHFR > - LFHFRne * £ %1 3
AR g A AR SIS (S o LR gEF B2 HT v £ (Mass to
charge ratio)4 2 15 7 Ir b Eendt+ & 58P iz £ o ARt EHE N
frendt S AT > MU T Al ar g SRS S fE BT o 4 F RIA RS
93 Bt g

A * dpl R e BE RS F LR~ AR e

%r
f-N>

Wy 22 PR SR E AR EEL R0 hf HE > HHE 2L
mbar-l/s - Fig. 3-4 5 % # BB &2 /o B % 2 ¥ %% B -
PV CRREG ORI - P ERTE Y UG R SR e T

SHS o REREES R AR REE L MR R BRI 2

B RFEDLAFE > a AR LR P RFE G £ %3
BdE o FPERIER S Aok BT BT RE > TEELE T § R RS
PR F  RBRBRE S F BRI Ik 4§ BIBFEE T



o PN EETIRTFRPIES S Aok \’Fn’fj F {6 fﬁ.’ﬁ RT o Pl

—\

Senb S R ER (TR DBRIARF o

3-6 1 ~ b4 Rl

PR - AR AORRETRERZ T REHE RS R R
R R E R PR R £ R R £ 5 2 86 55
AR o T A R B (4o W] Fig. 3-5) k e T 4 aiplzE e B b o

bd RBRBALY 0 % 4 B e S R SRS TR 2 B

Wk 0 g AR BB MRS E 28 00 B ER Y 0 %4 AR
bt oy 2 05 mm/mine g ABSE R R 4T R4 BRI E (4o B Fig.
36)) R ¥ FR kB AT RERE DB FRE RS U L B > e
B YR R R RRE B AR R 0 RS GUREEE T 5 AfA
R4 RIERE - LA R FIR R i B b e R B R0
£t - B UAGRE R AE Y 2 (oR Fig. 3-7) - UAlip & enah
- B RAT 3 g RAR g 3 B EEE 4 a0 F R B 402 0.5 mm/min
FE KB4 A 1 BRI L RARSPER A T F IR e
Vol o BM-H R AR B 2 R Y LRI T o T RS T P

ml?]\zéj\ ﬁ*ﬂ&’a&%‘,\:‘ m#ﬁ-r' pé‘u R o

33



YSZ: R Crofer 22(steel)
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v
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BEENREBT
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tNEIE R
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TEM/EDS|| SEM/EDS |54 & W] [ 83 o sa it

Fig. 3-1. % skinf2 7 & B -
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Fig. 3-5. & i 32514 -
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Fig. 3-7. £ 2 (a8 & 22 5 3% W] -
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Chapter 4 2 % &2 313
4-1 Ag-Cu-Pd £ B s6F o 2132 & 15 2 L%

4-1-1 59Ag-31Cu-10Pd 2 65Ag-20Cu-15Pd £ fis# th 4 /B sl 3
Fig. 4-1 % 59Ag-31Cu-10Pd & /a4 &  cn SEM(BEN) 2 §. 1l ¥ 11 §

NP EUF L B PIRG o SRAE R R LR E T S R A(rolling) & AT

x

=0 HER K25 umo Fig. 4-2 3 B s Bl ¥ ¥ 5 Ag-Cu i & i
e i o Fig. 4-3 % 65Ag-20Cu-15Pd £ f 44 & 60 SEM(BEN 2 B B> ¥ 4
S H B £ P chIR % 22 59A0-31Cu-10Pd £ B 5E B 2 s H B & %30 um >

Fig.4-4 % Hc& B > ¥ £ 91 Ag - Cu = & ik chafi o

4-1-2  59Ag-31CU-10P0: & 13 sh & B bl B 3

Fig. 4-5(a) % steel/59AQ-31Cu-10Pd/YSZ # 870°C ™ 48 5 A % & 14
1 BEI B - 1335 Ag-Cu 4p B> * 4Lfcdr ¢ LB B3 5 /4 fris a2 Ag-rich
A 8 Cu-rich 4p i & % H(eutectic) - &5 5% ~ BI[Fig. 4-5 (b)]* - P B3
g % eraf R E AT D 5 (4o $ BE R BEAToR )3T 0130 Cu-rich 4p P 5 R A
Ag-rich 4p ¢ o & g SRR SRR ERAT I P o SRR e 2 & A en
> B R BB TEM 384 L Gk — ) dffst o ¥ ¢h o [ BEI B Y ¥ & P AR

g A e FORR A, =3 Steel/59Ag-31Cu-10Pd 2 59Ag-31Cu-10Pd/YSZ
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NG B - e G LA 174 #-4 TEM R4 (T2t o

2
S

Fig. 4-6(a) % steel/58Ag—-32Cu—10Pd/YSZ . 870°C T 35§ 5 A 484 & |
59AgQ-31Cu-10Pd £ /g 55 e 4R 2% i§(Bright Field Image » BFI) » H & 57
% Ag-rich 4p ¢ 3 Cu 3gkoeni7 ) » &2 SEM[Fig. 4-5(b)]#7#L% 3| Ag-rich 4p
P37 d e R - 1R oo Ag-rich s EDS = 2 2 7% 5% 5 72.6 at.% Ag »
14.7 at.% Cu - 6.0 at. %Fe > 4.6 at.% Zr = 2.1 at.% Cr > Cu 47 1 $= 3= & &
79.8 at.% Cu > 9.8 at.% Pd > 3.8 at.% Ag » 2.9 at.% Zr - 2.2 at.% Fe f- 1.5 at.%
Cr-Fig.4-6 (b)%2 (c)% Cu k.2 Ag-rich 4p i3 % $E54B] > H zone axes 4
%] 2 [112]cpparticiel/[14 2] aguricn F9[1 11 | coparticiel 11 agrien = Cu 3E:#2- ~ Ag-rich
#p £ habit plane 4 5] % (220)cy-particie//(220) ag-ricn 77(202) cy-particie!/(202) ag-rich ©
B4 F Y5 4 45 0 Cu AE A fe Ag-rich 4p 5% 32 % 42 & face-centered cubic
(FCC)% = i+ # % &_cube-on-cube > 3+ 35 Cu $f# % Ag-rich 4p % & %8s

5] % 0.374 40 0.418 nme 22 s b o 815 14 % #(Cu=0.362 1~ Ag=0.408 nm)
o FIE P FerCroPd 2 Zr & wji_steel 2 §_YSZ FR A1 = e o

# i Fig. 4-6 (a)» B A NI A Ag-rich 4p2 Cu 3k i o faw> L2

Ag-rich Z 447 » 2 Cu-TL8 W% AQ h& &k 5u¥ > & dp ) Bdpfrdlp ¥
LR TR ERAPSEL P

Fig. 4-7 (a) % steel/58Ag—32Cu-10Pd/YSZ 5 870°C T # 8 5 ~ 454 & 13
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2. 59AQ-31CuU-10Pd 4 /f #5200 4L 9% >t 59AQ-31Cu-10Pd 4 ik @

# W AQ 34T 13 Cu-rich 4p ¢ > & L% e SEM[Fig. 4-5(b)]* 78 % 51 ¢
Cu-rich 4p # #7 114 — 5 - Ag 3k EDS & 47 = & 2= §_72.8at.%Ag 12.5
at.% Cu - 7.3 at.% Fe » 3.7 at.% Zr » 2.5 at.% Cr » = 1.3 at.% Pd > Cu-rich #p
e EDS £ 472 & % 709at.% Cu-18.0at.% Pd- 6.3 at.% Fe-2.0at.% Zr> 1.8
at.% Ag fr 1.0at% Cro 7 4hdk © s Fe~Cr 2 YSZ P enZr ~ % » 5|
%% AQ 3 kAe Cu-rich 4p.¢ B #ia g 0d Cu-rich4p® 7 3 < £ 7Pd(18
at.%) - — 1 F73 2P ¥ 5| FCC 3 Cu-Pd alloy &.%)i3 ™ 4 10-30%: Pd »

Bk AR g AR I Sirea Bt ehg A L1, 59 CusPd 48 < Fig. 4-7 (b)
% Ag-particle » Cu-rich 4p e0 8 ¥ 4 5 B] (SADPs) »# zone axes #_
[011 ] ag-particie!/[ 01 1] cuericn F= habit plane 5 (200) ag-particte #/(200) cu-rich © & SADP
Bl o 42 & 1 endEsFEE(100)-(011) & Cu-rich 4p s B & ¥ 48 R o fi_
SADP {r EDS ¢hgz_» Cudfich 48 £-CusPd ® 5 L1, & #2145 - Ag i 4
Cu-rich 4p > =B % 5 = > $2 %+ = & ¥ (cube-on-cube) B ™ - Ag %+ fr
CusPd( % 4F ¥ )ede $ 53~ W 20430 4+ 0.390 nm > 22 % 43fr i 4 e 12
% #c(Ag=0.408 nm 4r Cu=0.362 nm)+* fix > CugPd e, 2 - B B 4 vb fie

BB 7.73% » @ Ag-rich Ap % 4c 7 5.39% > 3 & ¥ F]4 CusPd # < £
1 Pd 4 f3(18at.%)> 4 7 #rid 2 o U 2 Ag-rich4p? B3 1 - £ H W eh g

~ % o 1¢_Fig. 4-7(c) ¢ dark-field image(DFI) ® ;i % [011] > & 7 1 order
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grdomain I A CusPd 4p 42 g o

4-1-3  65AQ-20Cu-15Pd#: & 14 th & Jf Samci. B 4

Fig. 4-8 (a) & steel/65Ag—20Cu—15Pd/YSZ # 920°C ~ # 8 5 4 45 < BEI
B o W P T g A T steel RIS YSZ RIFRIZ G P EREDE B G 0 19
5 AQ-Cu4p B % & 5 » /4 #ris #-2) & % ® ch Cu-rich 4p 2 & % eh Ag-rich 4p >
27 58Ag-32Cu-10Pd % 4 55 ¢ #1% e Cu-rich 4p 2 Ag-rich 4p— 3% o v& -
7 F er8_Cu-rich 4p p e47 414 > % 58Ag-32Cu-10Pd = & 357 » 2 ik
R AQ EktT 2 F7[Fig. 4-5] > 28 @ & 65AQ-20Cu-15Pd £ /f j& ik 383+
Bl Fig. 4-8(b) » & = & 2 2w eagdk 47 A4 45 1138 Cu-rich 4p » 404 2
177 0 @ an 1 4E -1 TEM/EDS = # 3 4 44

Fig. 4-9(a) & steel/65Ag-20Cu-15Pd/YSZ #.920°C F 8 54 453 & {4 >
65Ag-20Cu-15Pd & /& e ALTF o B ¥ #FI2 A H F > w gk o-Fe(Cr)
¥t P (4ot Eg) o * £ e Fe 4o Cr #i% & Cu-rich 4p # > # 5% & Cu-rich
ip e AR e TEEF L AT 0 o 5% a-Fe(Cr) 4p e EDS = & 2§ 757
at %o Fe- 16.3at. % Cr-4.4at. % Pd- 3.1at. % Cu - 0.3 at. % Ag f- 0.2 at. %
Zr> Cu-rich 4p =0 EDS = 4~ #_35.0at. % Pd-31.2at. % Cu-24.8at. % Fe> 4.4
at.% Cr> 3.5at. % Ag - 1.1 at. % Zr > j£_EDS # R~ & 17 Pd(35 at.%) 7%
»> Cu-rich 4p - 45 a-Fe(Cr) 4p47 214~ 2 & 2, e n 7] » % steel &2 65AQ—

20Cu-15Pd # &t » 3 AP~ £ Fe 2 Cr ~ 4% %% * 65Ag—20Cu-15Pd
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& §55¢ e Cu-rich 4p > 4 ris > &% eh a-Fe(Cr)4p 1548 47 fo e Cu-rich 4p ¥
17 41 oFig. 4-9(b)-(d) % 4+ o-Fe(Cr) 4pFv Cu-rich 4p -3 SADPS- v i c1 zone
axes A W] §_[101] a-recnll [001] cyericn [110] a-Fecyll [010] cycricn
[110]oreicr//[100]curicn © 4&_Cu-rich 4p ¢3 SADP @ 44 11 ZLidg & 12 BET 14 2
471 g Cu-rich 4p 5 A 1* &7 CugPd » j&_SADP % EDS ehffl k4 47 0 44
a-Fe(Cr) 4p &_ body-centered-tetragonal (BCT)r4 2 Cu-rich 4p &_ L1, %45
CusPd - ",f pt2_ ¢k 5 a-Fe(Cr)$v Cu-rich 4p v B % €_Bain relationship -
Fig. 4-10 (a)-(c) & #7% a-Fe(Cr) 4a 7 4 »> Cu-rich 4p ch= f& = = B T @] >
@ i e zone axes: 4 Y] & [101]erechl/[001] cuurieh * [110]arecn//[010] cyoricn °
[110]g-recr//[100]eyericn > #= = BB 7 2 Fig. 4-9 (b)-(d)e2SADPs - 3 - FCC
# % 3| BCT ¢ Bain relationship > 5 = 8.2 [ o variants».@ 5 % iron system
¢ F Ak 4% g9 40 ) FCC 3| BCT 0 Bain transformation £_martensitic
APk o PO F b 1 SRR RA S b R Tz 0 ¥ JCFIg. 4-9 (c){r(d)

51 SADPs k5 - H & & & 45Kk o-Fe(Cr)4pf- Cu-rich 4p e1(002)F & + - #

% 58Ag-32Cu-10Pd {= 65Ag-20Cu-15Pd £ %5k ¥ #.iT steel R
Cu-rich 4p § # I PRI HE © 1945 Ag-Cu hip ] » *° % 58Ag-32Cu-10Pd
& shen Cu-rich 4p # > 4 FrpF > 15 BiA Ag (AFA B ' M AT R Ag

SpAts 4 > & ¥ H4e Cu-rich 4p 3 cube-on-cube Bf % o 31 4 65Ag—20Cu—
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15Pd & i ¢ SE ¥ Pd eng B4 ] 15wt % + £ 2 Fe v Cr fisteel 773
t Cu-rich 4p # » #3¢ & Cu-rich 4 # § 4t a-Fe(Cr)dptr &t > v § = 87 F

=97 =B % 5 Bain relationship - j£_Fig. 4-7 fr Fig. 4-9 i #5fz EDS 4 47 »

¥

Nde % 3 < %) 10wt%e Pd> # 5 »cdrd] Fe(6.3 at.%) 4= Cr(1.0 at.%)

'I"_".\\ “\

P4 F| 58Ag-32Cu-10Pd £ 5% ¢ h Cu-rich 4p » & Fr41 7 &%k a-Fe(Cr)
tpd5 Ao dp¥2. T 0 & 65Ag-20Cu-15Pd £ Gk ¢ 7 5 % chPd 7 £(15
wt%) > K 2+ Fe(24.8 at.%)4= Cr(4.4at.%) & Cu-rich 4p ® Ficfc L 774 v >
Rt Cu-rich 4p @ A5 04k e g-Fe(Cr) 4p o ¥ % » & 275 7 & IR
Cu-rich 4p %73 7= & 7 Pd(18-35 at:%) » T g ¥ B KRS 4rie » A4 K it LY,
Al & # CusPd o

Fig. 4-11 (a) 4 920°C T4 /8 5 &~ &8d% £ {4 2 65Ag- 20Cu - 15Pd £ %
s5¢0 Ag-rich 4pr Cu R4 erp A2 (BFI) » 225 G & SEM #1B& 5| eh
Ag-rich 4p @ 47 ) e 3k 3 o 7 S Fig. 4-11 ¥ $5 e EDS eh4 45 0 7 4o
s sp ki Cuspd(72.5at. % Cu-19.0 at. % Pd-3.4 at .% Fe>2.8 at. % Ag>
1.3at. % Cr - 1.0at. % Zr) » 34+ 5 Ag-rich 4p(81.9 at. % Ag> 7.9 at. % Cu >
41at.%Fe>25at.%Pd>21at. % Zrfr15at.%Cr) o d @ &> Cu ki

d N
s

o)

EB

% £ 7 Pd(19.0 at.%)°Cu-Pd & £ ¢ FCC &4 F73 10-30 at.% Pd
é é.i =21 E'ﬁCUgPd T E’—hBBE ’Eﬁg%’l‘#{ng , 26-28

Fig. 4-11(b) 5 Cu %4 Ag-rich 4p % % SE51®] > 2 > =B %I
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[111]curien!/[111 ] aguricn? 22 &o & BE(110)r(101) 9138 & CUBE 4 thd¥ T $E5T ] -
I #-H Fig. 4-7.(0) fart #; iz et 2E-§_FCC Cu en#f o+ ¥eit2ks i SADP 2 EDS
k4450 Cudpa 2 L1, i CusPd - @ * £ 2 Ag-rich 4p 3 cube-on-cube
77 2B 7% o Cu 2E 8 (CugPd)f= Ag-rich 4p ends 2 S8 SR £ 4 %) 5 0.392
F=0.435 nm - Cu %g#(CugPd) s fy 2 S8t 5 Cu ~ 7 8.4% 0 iz 5 ¥ v A7)
= Fi% * £ a7Pd(19.0 at.%)#r A& 4 - Fig. 4-11(c)# dark-field image(DFI)

¢ i ¥[110]07 % » ¥ 5 diorder s domain #13R - ¥ Cu 3 E_FCC £ 4

i

H o B4 Fris 47 4 b 58Ag-32Cu-10Pd s Ag-fich 48 # ; & 4p ™ (R
% 4_cube-on-cube.c { 65Ag-20Cu-15Pd & 5% > ¥ Pd iz £33 4o F
15 wt.%p# » B ite3 CusPd 3gk € B~ & ik &9 Cu #2497 1) & Ag-rich 4p

? 5 CugPd #g#-fw Ag-rich matrix 1> =B % — %+ &_cube-on-cube -

4-1-4  Steel#r59Ag-31Cu-10Pd ~ 65Ag-20Cu-15Pd4 & 18 e/ & M %
Fig. 4-12 % Steel/59Ag-31Cu-10Pd /i & = 870°C T~ 4%:§ 5 4 435 BEI

=
¥l
‘.‘E\"\
¥
~zh
It

d - Bgeng sk 0 & & % Cu-rich 4p ~ Ag-rich 4p -
P OAEE IR R ez R SRR T 47 47 413 Cu-rich 4p @ 5 3 & Ag-rich 4p
P W IR s R AR AT e o

Fig. 4-13(a) % steel/58Ag-32Cu—10Pd fpcrjic 5 S i & Adnis » 18

I- BoFE LG > LA m il PEGOE RE 20 g SEMBE RO
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Z% - RoFig. 4-13 (a)® 7 434k c0 EDS = & 5 745at. % Fe> 21.6 at.% Cr »
13at. % Cu- llat. % Zr-0.8at. % O 0.4 at. % Ag f- 0.3 at. % Pd » Ag-rich
ApenEDS = &2 5 77.3at. % Ag 9.2at. % Fe - 84 at. % Cu: 2.7at.%Cr - 1.5
at. % Zr4-0.9 at. % Pd> Cu-rich 4p ¢0EDS = » 5 65.5at. % Cu-18.0 at. % Pd >
10.1at. % Fe»3.1at. % Ag> 1.7at. % Zr 4 1.6 at.% Cr> ¥ jE = & 2 1755 % 7
- Fe{- Criz 3] Ag-% Cu-rich 4p ¢ -Fig. 4-13(b)-(d)~ %] 5 steel(a-Fe, BCC) -
Ag-rich 4p = Cu-rich 4p <% & SE5- 8] » ¥ i &0 zone axes 4 %] % [001] ~ [011]
F[011] - a-Fe ~ Ag-rich 48 ~ Cu-rich A4p e fate Sedic> %] 5 0.292 ~ 0.410 v
0.378 nm - ¥ pure o-Fe(0.287 nm) ~pure Ag(0.408 nm) ~pure Cu(0.362 nm)
bt i o VT OBRIRT PR ey 1R z}ﬁ:c;;m,\ BlEE T L7~ 05 4.4% - < & 0
Pd(18 at.%):% f# &= Cu-rich 4p# > ¥ ¥ % /2 4risa5= 3 .CusPd 4p o & it e
CusPd #p 2138 &y #[011] > = < DFI [Fig. 4-13 (€)] ©

Fig. 4-14 % steel/65AQ-20Cu-15Pd /i & & 920°C ™ 3+ 8 5 4 45 BEI
BlevqadifiodapaFr kA2 - Fig. 4-15 (@) 5 steel/65Ag-20Cu-
15Pd e o 1 G PSR AR L oA 4 o d 2% steel fr
interlayer et 53k T #ic(CTE) 7 7 feenfd % > #7040 Ag-fv Cu-rich 4p & &3
£ peng 4 oFig. 4-15 (b) ¢ steel e EDS = 4 5 71.1 at. % Fe>25.0 at. % Cr >
2.1at. % Cu-1.7 at. % Zr §= 0.1 at. % Ag- Ag-rich 4p 7 EDS = 4 5 81.3 at. %

Ag-7.9at. % Cu-4.7at. % Fe-> 2.5 at. % Pd» 2.1 at. % Zr = 1.5 at.% Cr> Cu-rich
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ApenEDS = & 5 71.2at. % Cu > 19.8 at. % Pd > 3.7at. % Fe » 2.3 at. % Ag >

1.7at. % Zr v 1.3 at.% Cr> 3 = & 7 Pd(19.8 at. %)% f% = Cu-rich 4p ¢ > ]
SR B v e CusPd 4p £ & 4 L1, ey #5241 © Fig. 4-15 (b)-(d)4 =] 5 [111]
71 steel(a-Fe) ~ [011] 7 Ag-rich 4p =[001] > Cu-rich 4p - Steel(a-Fe) ~ Ag-rich
Ap4 Cu-rich 4p e ¥5 %84 %] 5 0.300 ~ 0.411 4 0.391 nm ; & % e $a %

#os W PHEE T 4507 f 8.0% o #r1u ¥ d - F &e> Steel(a-Fe) ~ Ag-rich 4p
4v Cu-rich 4p eds #2 % #c & 65Ag—20Cu-15Pd. £ /4@ v+ & 58Ag-32Cu-—
10Pd £ 5% sk aR § "f #t 2 2k Cu-rich 4p ¥_CugPd> ® # 12 & _Fig. 4-15

(e)s DFI # » ¥ 5 i order domain =7 313%

4-1-5 Ag-Cu-Pd.interlayers/YSZ#& & s enfi & M. B4

4-1-5-1 59AQ-31CU-10Pd/YSZ & & 8 0/ & B i
Fig. 4-16 5 59AgQ-31Cu-10Pd/YSZ /i w # 870°C * 4%:§ 5 %~ 4& 77 BEI

Bl- B 5 52 46 @ PR e A 4 oFig. 4-17(a) & 58Ag-32Cu-
10Pd/YSZ len BFI » & Cu-rich 4p @ 137 £ 2 > @ ® & interlayer/YSZ 4
% F k4 A4 o Fig. 4-17 (b) % Cu-rich 4p 2 SADP » Fig. 4-17 (¢) 5 YSZ
1 SADP>t-ZrO, si1zone axis % [111]3 # -{112}-type ¥ &t & t-ZrO, 51 SADP
PR R B 2R 0 iR F S S At R § PR
b g § (* 4(ZrO,x) ° ” *Fig. 4-17(d) %_amorphous SiO, 8 245 &

A 5 ¥ # # #1830 digital diffractogram  SiO, & & % % YSZ
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¢ % edse o 2 alumina fralkali & B F - Ao o P FR T
¥ i e interlayer/YSZ s/ m 4 = amorphous SiO; - Fig. 4-17(e) ®_TizOs 1
B R R R R E S 2 E 4 4719 B| e digital diffractogram e

Fig. 4-18(a) 5 58Ag-32Cu-10Pd/YSZ 4 & il ARTF i » & 2 ¥ i
B I &A% ke F S A 2 (TisOs & Si0y)-Fig. 4-18 # Cu-rich 4p 7 EDS
A i 748at. % Cu-94at. %Pd>6.4at. % Zr>4.4at. % Fe- 2.2at. % Ag >
09at.%Cr-06at. %O 04at. % Tif=0.2at. %Y > * &4 Ti;0s 7 EDS =
& % 56.2at. % O 22.3at. % Ti » 13.0.at. % Al > 3.4 at. % Zr > 2.1 at.% Cr >
1.2 at. % Cu > 0.8:at. % Si » 0.9at. % 'Fe $~ 0.1at.% Ag > = &+ SiO, -7 EDS
=4 % 549at. %0 39.5at. % Si> 2.3at. % Zr>0.9at. % Cu- 0.9 at. % Fe »
0.7at. % Al > 0.3at.% Cr » 0.2at. %0 Ag > 0.2at. % Ti fo 0.l at. % Y » YSZ 1
EDS = 4 5 574at.% O 342at. % Zr> 2.8at. %o Fe»25at. %Y > 0.9at. %
Cu-09at%Cr-0.7at. %Al »05at. % Ag fr 0.1at. % Ti - 3 =~ & e Zr j&_
YSZ #4cF] Cu-rich4p# > e £ Pd 0z & ¥ 3 0.2at.% - f¢_Fig. 4-17 4- Fig.
4-18 s EDS # 7+ > Cu-rich4p = 3 > & cPd @ ¥ SADP ¢ X3 42 b 8L
A 4 5 F] Cu-rich 4p ¥_FCC v Cu m # ¥_CusPd- % F 17 steel |5 Cu-rich
8 2_L1, %4 (Fig. 4-13) = CusPd(18 at.%)- iz X_t 337 YSZ e Cu-rich #p

#r Z_FCC 1 Cu - Fig. 4-18 (b)f=(c) = TisOs =1 SADPs - # zone axes 4 % &

[010] ~ [151] °
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K _Fig. 4-18 ennEDS & 47 17 & TisOs ¥ Al 7 # i 7] 13 at.%&_d alumina
B b PHRTATIIA o F] A f 58AQ-32CU-10Pd & f 6 ¢ L Tichiz 0 #1
Ti ek R EN A a? B L& A2(H]:Ti~P~Si~Ni)kehod
TR+ #5583 REGRAA > 210 Ti § 718 interlayer #4c 3] YSZ ip e
2o > ez F A= Tis0s o j£_JCPDS(#82-1138) i—p » TisO5 %_ monoclinic
it Bt fcabcfrf A W2 98A ~38A 95A v 93" ;&
58Ag-32CU-10Pd 4 & &6 ¢ 1 TigOs» H & $2 S84 4] 5 9.3A ~3.3A 884
{297 o % interlayer v YSZ gt ik i (CTE) e 7 7 fie » #7114 F
- £ 54 o 4 Gibbs free energies(A G)erF 7 4.0 > T i3 Z2r0, € A 4 F
T2 45§ 1t 1eSingh etal.dp 31 £ bR R B 1193-1253K g & = RN
HA,4 % B4k it 4 AG E(n K)A 5] 5 @ TiOx(-706.9 ~ -724.7)
TiO(-417.5 ~ -428.5)~ Tig0;(-2590.7 ~ -2662.9)F Tis05(-1878.9 ~ -1929.7) - £
BEATREKFEHTREAS c AFFTRREDHA S Tig05 0 2 £ 5
B egk gt o B Pd-Zrfo Pd-Y g0k 5@ 5 g2 AR GE R & 4 1 PdaZr
Pd,Zr ~ PdZr ~ PdZr, ~ Pd3Y ~ Pd,Y  ~ PdsY, fo PAY » # 12 e dp S i ag

R (1073-1473K)75 = » e Figdqp ATy ¥ T R 4 = o
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4-1-5-2 65Ag-20Cu-15Pd /YSZ ¥ & 13 enfi & HgR%
Fig. 4-19 & 5t 65Ag-20Cu-15Pd/YSZ 4 & 1 920°C ™ %8 5 4 451 BEI

B > BT P B eE g4 > B 1 Ag- ~ Cu-rich 4p 5 2 o Fig. 4-20 (a)
%= G65AQg-20Cu-15Pd/YSZ ile BFI 5 & Cu-rich 4p° 5 Z A 2 > @ &
interlayer/YSZ /i w L% ] TizOsfv SiO;  Fig. 4-20 ¢ Cu-rich 4p <17 EDS
A i 741lat. % Cu-16.4at. % Zr-6.3at. % Fe-1.8at.% Cr->1.0at. % O >

0.2at. % Pd-0.1at. % Ag f-0.1at.% Y » YSZ :EDS = 4~ 5 48.6at. %O >
448at. % Zr>24at.% Y 2.1at. % Cu- 1l8at. % Fe»f-r03at. % Ag> » &
F Tis05 e EDS =4 % 58.3at. % O-23.1.at. % Ti-11.0 at. % Al->2.8 at. % Zr >

25at.%Cr - 1.1at. % Cu» 0.8 at. % Fe 4= 0.4 at. % Ag » ~ &+ SiO, =1 EDS
4 % 494at. %0 44.1at. % Si>3.9at. % Zr-09at. % Cu - 0.8 at. % Ag »

0.8 at. % Fe f= 0.1 at. % Ti - #_EDS s 4 47 ¢ 5 # Tis0s 7 7 11 at.%:<H
Al 122 Cu-rich 4p 7 7 164 at%sZr > ie & Pdz £ 475 7 0.2 at.% > %)
¥t Cu-rich 4p #_FCC Cu @ # &_CuzPd - Fig. 4-20 (b)-(c)%_[001]* + Cu-rich
phase =7 SADP 12 % [011]* = t-ZrO, -1 SADP - Fig. 4-20 (d) &_amorphous
SiO; 1% 247 & B 42 5B & = F #2717 3| er digital diffractogram »

7 4 # % amorphous 5% 88 515 o Fig. 4-20 (e) A_TisOs 1% f247 & F2 %

=i g - 44718 1) en digital diffractogram > T enf e S Bica~bcqr B

> ¥ 91A -31A -85A 493
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4-1-6 Steel/Ag-Cu-Pd interlayers/YSZ#& & 1 eh2 = {84
Fig. 4-21(a) & steel/S8Ag - 32Cu - 10Pd/YSZ 4% £ «h2 = #8457 & Bl -

Tl Ao B AR 0 A RASP AR ERE R £ KR
AT EREERBEPFETE SR SR 870°C TR E O THFE S A
4 > BILAKEE KD Curich 4p B4 BB & - 42> 258 X B Hh
Cu-rich4p > @ % 44w ¥ coFe~Cr-Ni~Mn-~Si~Ti B42/1 & o> o 4
0 YSZ ¥ enZr~O-~Si» RAys A EfHinen> v Hic st 2 3G
t i 4 foe Cu-rich 4p ® 47 017 Ag 3gk o @ A 33T steel 7 Cu-rich 4p B
H_CusPd 4p 5 ™ fedli4r frem Ag-richdp @ B 213 Cu Rpierds &) o b gF )
chE_ o YSZ R4 G AT FIRF) TS A e ends 1B - B E_SIO,
¥ b — i3 &_Ti30pe

Fig. 4-21 (b) &~ steell65Ag - 20Cu - 15Pd/YSZ & & ch2 = {8457 & Bl
AELD o EFEPP AR EREE R A 09200C THELE > T FE DS A
45 > & 15k e Cu-rich 4p B 4032 or B - 42 > A2 < F B Cu-rich 4p »
@A ahdm Y Fe~CroNi~Mn~Si~Ti L& fiaa wiic» YSZ 7 b
Zr~O~Si g fhaa w i S A 2 3RS A2 Ag-Cux & -
o w) e E > 3 IR A it Steel )¢ Cu-rich 4p ¢ 45 417 455 a-Fe(Cr) 4p
$5 M4 5 3252 & Fig. 4-21 () 58Ag - 32Cu - 10Pd 1% 5e¥ 5 #rBLRF| et

W 4F foen Cu-rich 4p ® 4741 Ag g% = — & o @ 317 steel ] Cu-rich
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48+ Z_CusPd Ap o i YSZ R/ o FAT 0+ FIRI]T A AT Ty o -

ﬂ?‘ TELSIOQ ~ k- ﬂ?‘ 7FI’LTlgO\r, °

4-2 Ag-Cu-Ti & i $F Bt 145 & 15 2 AR
4-2-1 68.8Ag-26.7CU-45TiF ¥ thg b b S#

Fig. 4-22 5 68.8Ag-26.7Cu-4.5Ti 4 54 & % th SEM (BEI)AcEL 3
Bl 7ol f G s Sl R s AR R Y 50 um - Fig. 4-23 %
68.8Ag-26.7CU-4.5Tin & 4% & TenpdRaes Mo 7 ¥4 0 & ik &

& & ik A F e 0r A (rolling) = 5T e

4-2-2  68.8Ag-26.7Cu-4.5Tid & 18 e & f EHTE. 5

Fig. 4-24 % steel/68.8Ag-26.7Cu-4.5Ti/YSZ #.920°C T 4#F 8 5 » &4 &
s ¢ BEI oL 50 - 1995 Ag-CU AP > P airdr ¢ B B P 3 » b4r
f¢ ;= Ag-rich 4p §¥ Cu-rich 4p ek & % H(eutectic structure) o ¥ *F > j&_SEM
BY PREFRAG R A =3 68.8A0-26.7Cu-4.5Ti /YSZ 1h & e
steel/68.8AQ-26.7Cu-4.5Ti fiwm » FIMF R » & 0 h 6 oA 474 #
e TEM 8 4 3¢ o

4-2-3 Steel 21 68.8Ag-26.7Cu-4.5Ti% & 15 0/ & BB

Fig. 4-25 5 steel/68.8Ag-26.7Cu-4.5Ti /i & % 920°C T 4F§ 5 A~ 45 i
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SEMBENR - # /ig T 25 HRL&EFAL o« ¥4 45 d P RS
VA0 T3 TR (ks O A Ag-rich 48 P > 4R KR Ak R FEATIE R oh
Fe(Ti)tp » T FmenSHE s & 2l %> ¢ &t s * TEM fMgfindis 47 o
Fig. 4-26 % 68.8AQ-26.7Cu-4.5Ti/YSZ /i & % 920°C T 4% 5 & 45
SEM(BEN® > & & 57 12 Ag-rich 4% Cu-rich 4p 2 2 » & & 58 YSZ
o 3 FeTiyOfeTiOsm & M ek ik A 2 H i) Jff]»a; S B
§ ttsm TEM 2R A it im0
3 5 A g 100 g % XRD(X-ray. diffraction) k g% &7 F 4 i ¢
“r A 4 e e Tig (b4 o 1030 g2 i deep 4 YSZ/AG-In-Ti interlayer 4 &
¥ IR TiO 2 TipO ehk fisdp o * & & & CuGa-13 at.% Ti/zirconia joints ® 2
R Tig0 fr TigO ehk o & = XRD T § ¢ 81§ P ootk & 33
Y- BRSO TiE YK (-1 um) o Mf stz ab o XRD efFf e é i
o P izt steel, metallic interlayer, ceramic % — & H s =7 compounds #1 & #
i XRD peaks’ %% % £ & — Az e/ € "% MypEn I Ti § i Fen s o
fdoif- LAY g R 12153740 & metallic interlayer/ceramic
joints » * SEM 2 EDS #rg e Ti it &4 % Ti,Op &8 TiOx k&7 > @ F
T Tihit S IR LE YRR P 5T R B
4 # 7 % 68.8Ag-26.7Cu-4.5Ti interlayer/YSZ interface ® #1201 Ti % i* 4~

(Ti,05) 754 TEM (1EDS 2 1t £ 4+ e SADPs 2] 7.3 1+ 5 & 2 B35 .2 4 -
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Fig. 4-27 (3) 5 68.8Ag-26.7Cu-4.5Ti 3 & 15 chfl ARLIF ffe > ¥ 12 {iF
4 | Ag-rich #p ~Cu-rich 4p > & Fig. 4-26 “7j% D] d cr%g 445 1 4 (Cu-rich
1) 7 Ag-rich 4p @ 47— oo KPR P BF g M E S R FER DL G
21 SEM(Fig. 4-25 & Fig. 4-26) #7pLxenis & & — 3 oFig. 4-27(b)-(c) A % %
Cu-rich 4p 2 Ag-rich 4p en% % Y664 8] U i chrzone axes » %] 5 [101]4+-[110]-

Fig. 4-28 (a) 5 steel/68.8Ag-26.7Cu-4.5Ti ] Hp ALEF 5 T & AT
t5 0 AQ B FiT A dhdw 7]35 % Ag-rich 48 (EDS 24 % 86.29 at. % Ag > 7.08 at.
% Fe > 4.98 at. % Cu4r 1.66 at. % Zr) » @ Fe ] F457 454 BT & B 5o
® 22 Ti A= Fe,Ti (EDS = %5 54.22 at. % Fe » 31.84 at. % Ti » 11.83 at.% Cr
- 2.10 at. % Cu) » ¥ = 5 SEM gLz % - 3k - Fig. 4-28 (b)-(c) » %
Fe,Ti fv Ag-rich #p &% % 884 B) » © @& zone axes 4 %] 4 [110]4-[110] -
Fe,Ti ey #2 %% % a=0.491 nm~c=0.817 nm {= Ag-rich 1§ ¥ 5 #c 5 0.425
nm - £ pure Fe,Ti(a=0.4784 nm ~ ¢=0.7798 nm) ~ pure Ag(0.408 nm) i +* 2 »
U g fe S BN A B 4EE T 0 FepTi cha 4§51 2.63% ~C #%E 1 4.77% -

Ag #5& 7 4.17% o

Fig. 4-29(a) 5 68.8Ag-26.7Cu-4.5Ti/YSZ fp] [ 4RIF i ¥ 11 i § chg
7| & SEM (Fig. 4-26)“T. % 3| 50 & & K > 42 SEM #TRLZI|eh- R B

Fig. 4-29 (a)¢ YSZ 7 EDS = 4 3% 55.17 at. % O-44.37 at. % Zr 4= 0.46 at. %
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Yo F &R TiO3:0EDS = 4 5 54.06 at. % 0-43.75at. % Ti f-2.19 at. % Zr >
F &R Fe,Ti,O e EDS = 4 5 41.59 at. % Ti»27.86 at. % Fe>16.92 at. % O »

7.47 at. % Cr » 3.48 at. % Cu {- 2.68 at. % Zr -

#¢_Fig. 4-29 1 EDS 4 478 4v > F & Ti,03 % Fe,Ti,0O @ «hTi 3 £ 4
wliE 1) 43.75at. %~4159at. % - 2 & §d £ 5(68.8A0-26.7Cu-4.5Ti)® &

Tio 12 244k 2% 2 a0 Ti #HICT YSZ Rl fod L 427¢ ahF FHicdl &
Biae o A7As S ik sk o Fig. 4-29/(b)=(c) 4 %] & Ti03 2 Fe,Ti,O 7 SADPs»
T i £ zone axes 4 %) 5 [010]4=[101] -

s — s , - - s s 2 = 9, 11, 12, 32, 37;
T8 Zr0, ¥ B 315 > R pded hfi 5 )= 4 § § 0F4 o Ti

F_&

F iV Hena, S AR R & (~1200k)pF 2 Gibb’s free energy (AG) i : TiO;
(—734.4 kJ/mol), TiO (—421.9 kd/mol), Ti,05 (—2656.3 kd/mol), Ti;Os (~1953.1
kJ/mol), and Ti,O5 (—=1203.1 kJ/mol) - M izt § 4 ehAG 5 f & > ~ £ Wi

B Tiehg 4 8 F 7 a f G e

4-2-4  Steel/68.8Ag-26.7CU-4.5Ti /YSZ#: & # th2 & 4
Fig. 4-30 3 steel/68.8Ag-26.7Cu-4.5Ti /[YSZ # £ i3 & {847 LW » 4
Béw o £ RGO RGP ERE EH, ¢ B e Cu-rich {0 €7

SRR EF G RO ARERTE SN SR 020°C THRE T

3]

57



Fe~Cr~Ni~Mn~Si~Ti B4 & s> »44c > YSZ ? 0 Zr~ O~ Si
< B E R he v R pb i8> A% Ag- Cu £ s 0§ Ag-rich 4p 2
Cusgt. > @ fdhiTsteel et > BIF) 5 Fe~Tiw £ B 5B 2 Ti &4
W RSHITA T FeTie A YSZ R A m it A4 13 & 72 Fenk B > 3L
1T YSZ s ek A A_Ti,O50 ¥ - & .37 metal interlayer # & chF i
ki L_FeTiO-FeTi0 2 & A ¥ 4 peLR et a¢ Vo p
PRI F R P AL TIALZE FeTif00 #rriecd 7 pt 4% & e

5 & i 25% o
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4-3 PR T iR

Eehf Bt e BE AP FHIE LTS ALF R L e
2= H T P AT 1B (SOFC)fr B4R ¥ ch 44 » #711 SOFC
Yoo B ResEEE o BREF REpg hER o

GAREY o % 15 Rk o ASM182TD+ > (8 3] hpl ik &+ X4

i & 2(10°~10"mbar-I/s) > 7¢ap] i & 1 51 107 K s3] Bk 3 1 F ¢ 107

I

F e o RIS AR o M EOE AR oA B LA ARF E T k(]
107 torr) el # b o BR & B e B 8 iE 7] 10° mbar-l/s - AP 2% * 0
F A4k 2 § 1Y 42 RR S A 8] 4 1x10° mbard/s~ 3.8x10° mbar-I/s o At o A
FoRHL D e RPRERAF B - 5 - 25 2R es L4807 o275
Pd = > 413 £ 6(65Ag-20CU-15Pd » 1 5 & 15% Pd chie ik £)» & 8 &
Tow IR PRI @ SRk S A B 5 7.9x107 mbar-l/s~1x107 mbar-I/s -
1.5x10° mbar-I/s~3.1x10® mbar-l/s> 3+ & H T 3os g 4L 08 £ 4 w] % 2.34x107
¥ 3.23x107 mbar-l/s > & Pd =& (> ir4 A & a4 & 2 Ak 2 § 1L 2 iR
F 5 2.34£323x10 mbardis; H - i A AL F Y B 5 TS
> e & 5(68.8AQ-26.7Cu-4.5Ti) » — k& & 7 o BE 7R

T g ik & A w) L 1x107° mbar-l/s ~ 1x10° mbar-I/s ~ 1x10”° mbar-l/s ~ 3.1x10®
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mbar-l/s » 3+ 5 H T3 gk ¥ % 1.53x107 &2 1.05x10° mbar-l/s > # pliA
% % (1.53%£1.05%x10°%) mbar-I/s -

BiEd BB AR T OV UPESF N BEREYY 53 Ti AR
th 4 Jf $5(68.8A0-26.7Cu-4.5Ti)¥ 1 18 P # S iplif 5 (4 10° K ) > @ &
L3R H0 54 Pd X ipeng Bian & FIRE PRIEF (9 107k &) o A wi
BE2BRE RPHET B, 51 TIPSRt ERELR
¥ e o

u//Ttt“if’P » 711G SEM 0] (4- Fig. 4-8)k 5 o w15 1 A7 5 15% Pd
SR SR T 0 BTEEA EdE A2 F LB g T LG P RGE
kA2 F G aFiT7 &Rl A 2 — & aFe(Cr) stk cnir 114 > J2ip| ¥ & &
FlE A G LG AR RSB OF Ak ooo@ @ iBdseni Bk 3 L4
FIER Rl S R E s T (e £ 32 29 0 F UK Fig. 4-25 1 SEM
Bkg o &/fiHE 72 @l o g 47 FeTidp - 1 2 j&Fig. 4-26 1
SEM k5§ & Bihe§ B G ki 1 Ti03 % FeTi,0 A & s en§
R BT AR FIE 0 FIE TR G B anst o R Ti B Rk
2l ABREIERE . B A B g VY hE F RS Ti050 1 & K H 4k 1P

Wicekh Fe /g F B3 FeTi,0 # B L hf Bibrck 24 5 A

] ' ﬁ'&l'{«m/PJ/ﬁ%j o
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1B AR B e pkdp 2 ()iEF Z o) > 10° mbar-l/s > B3t w42
Wen i s (2) B S 100 mbar-lis o Bt i 2k e ks () R
O3 10" mbardls 0 Bt G RF e ks o 8RS F PR AR Ti A
L2 T LA BR s wEe $ 2] 107 mbar-/s > ot A F

Tje £ omE R T LB R A e

4-3-2 F ~ PR Rl

AR AT T R KRR SR TR ERA B DRIERE AL
ISO 13124 : 2011 gt = jE ez 5 GliF A £ 05k > Rid3adp = L 5 05k 2
Wit kb TFEREHDTS o

Fek Y o4 faE st b ogug % 2 0.5 mm/ming ¥ - 4 Ag-Cu-Pd & 5 -
HEINGD R TiHEe g X A s 5 32,66 MPa~ 10.38 MPa ; & #
Tio@e g £ o v 5 1211 MPa ~ 1.89 MPa o % = = Ag-Cu-TigE s » #
BRad s THEe Ry w5 4015 MPa ~ 8.18 MPa ; & # T 35
EEER T 4w L 16.69 MPa ~ 4.75 MPa -

BlIESEFR AQGCU-TI cig s - R A ¥ 29 &4 F4P R
P AG-Cu-Pd c2d 2 5 > &2 2R S 7 D Enke % - RO LRT A ALF]
Bz 3 Tisddg g @ s EiRpng v & Ti,0; 2 FeTiyO > @ 2

P frdn 100 F PO A § 1 & 7 i 2 5 b R R i 25%
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arrrda | B AQ-Cu-Tiizeid P 77 FeTi,Oizk 5 it & > m Ag-Cu-Pd iz
P OFA P ERT R R A RGBE Lk > #F AQ-Cu-Ti #E R

YA k4 hE o 4 Ag-Cu-Pd k84 -
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Table. 4-1 & & 32 5 cipliB 5 & B2 F -

Specimens YSZ/65Ag-20Cu-15Pd/Steel  YSZ/68.8Ag-26.7Cu-4.5Ti

/Steel
-7 -9
Leak rate(mbar-l/s) 2.34 £ 3.23x10 1.53 + 1.05x10
Tensile Strength 12.11+1.89 16.69 £ 4.75
(MPa)
Shear Strength 32.66 £ 10.38 40.15+8.18

(Mpa)
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Glass ' 59Ag—§lCu-10Pd : Glass

Fig. 4-1. 59Ag-31Cu-10Pd & /f i&4s & # 7 SEM(BEI) » % @ -

Fig. 4-2. 59Ag-31Cu-10Pd & J i&4 & % 5 SEM(BEI) £ #53% ~ ] -
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Glass 65Ag-20Cu-15Pd

Fig. 4-3. 65Ag-20Cu-15Pd £ /f; a4 & % - SEM(BEI) > % ) -

Fig. 4-4. 65Ag-20Cu-15Pd 4 f i&4% & % ¢1 SEM(BEI) & #5834 ]
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spherical particle

Cu-rich

Ag-rich

spherical particle

Fig. 4-5.(a)Steel/59Ag-31Cu-10Pd/YSZ # 870°C ™ %8 5 ~ 484 & 1 «nSEM(BEI) &, (b)
B3Rk Bl REEHRT g e it o
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R

iy S

s Cu-particle

Fig. 4-6. (a) Steel/59Ag-31Cu-10Pd/YSZ & 870°C & # ® 5 A~ 4 & & {5 2

59Ag-31Cu-10Pd % & 750 Cu 4f k2 Ag-rich 4p enp 4T i (BFI) ; (b)&(c) 7 Cu %k~

Ag-rich 4p = SADPs H zone axes 4 % & [112] cyparice!/ [112] agrich Fr
[111]cu-particie/[111] ag-rich° CU 3 s~ Ag-rich 4p £ habit plane 4 %] 4 (220)cu-particie!/(220) Ag-rich
1=(202)cu-particte//(202) pg-rich ©
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b

, " ,,,,é’”" \
.. Ag-particle
: e B A*‘ 2

v,

Fig. 4-7. (a) Steel/59Ag-31Cu-10Pd/YSZ & 870°C & # 8 5 » 4 & & {8 2
59Ag-31Cu-10Pd £ % i&enm 41 i (BFI) ; (b) Ag-particle ~ Cu-rich #p &% % 354 )
(SADPs) > H zone axes £_[011]ag-particle //[011]cu-rich F= habit plane % (200) ag-particie // (200)
curich 3(C) i F[011]* & s Cu-rich 4p a5 AL TF 8] (DFI)> = 5 ! order domain e 3R
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Fig. 4-8. Steel/65Ag—20Cu—15Pd/YSZ % 920°C T #+:8 5 4 41 SEM(BEI) (a) > % 1 (b)
Bt B HEEA NZ AR b bR g
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[101]Fe(Cr)//[001]Cu-rich [1 ‘idlfeCrI/[01 0]Gu-rich J[110]Fe(Cr)//[[100]Cu¢-rich

Fig. 4-9. (a)5 920°C ™ 8 5 4 44 & 162. 65Ag-20Cu—15Pd % /& /& Cu-rich 4p £2 4+
A o-Fe(Cr) Ap47 I1(X * H gpdp = @7 e 2w )P ALEF [ (BFI) ;(b)-(d) = a-Fe(Cr)
#4p f= Cu-rich 4p 7 SADPs > H zone axes 4 %| 5 [101] grecry // [001] cumrich °
[110]g-rect//[010] cumricn * [110]g-rec//[100] cunrich ©
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Zone axes = [101]Fe(Cr)//[001]Cu-rich
Habit plane: (101)Fe(Cr)//(100)Cu-rich

Zone axes

\ 47 Cu-rich
/

Fe (Cr) precipitate
N

(a)

Zone axes = [110]Fe(Cr)//[010]Cu-rich
Habit plane: (001)Fe(Cr)//(001)Cu-rich

Fe (Cr) precipitate

001 Cu-rich

O ¥ +— Zone axes

(b)

Zone axes = [110]Fe(Cr)//[100]Cu-rich
Habit plane: (110)Fe(Cr)//(010)Cu-rich

Fe (Cr) precipitate .
Z'"  Cu-rich
N
SR )

(010

=<

(c) Zone axes

Fig. 4-10. % 444 0-Fe(Cr)#5 &1 & Cu-rich 4p 57 2 B1(2)Z=[10T]o-re(cn//[001 ] curich ;

(b)Z = [110]a-Fe(Cr)//[OlO]Cu.rich ; (C) 7= [11O]Q_Fe(Cr)//[loo]Cu.rich °
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(a)

Fig. 4-11.(a) 5 920°C T 358 5 » 484% & {4 2. 65AQg-20Cu-15Pd £ /§ 4 Ag-rich 4p 22
Cu-rich #p e 42 % (BFI) ; (b) Cu-rich 4p ~ Ag-rich 4p = SADPs H zone axes #_
[111]cy-ricn//[111]agrich Fr habit plane % (202) cy-rich //(202) ag-ricn 5 (c) dark-field image(DFI)
? e ¥[110]e07 = - ¥ 5 ) order domain i 3R
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3

£A

g
'
é
d

*:;ﬁ'

P

e~

e e

Fig. 4-12.Steel/59Ag-31CU-10Pd- % & f 870°C T #5 i 5 4 4&.:1 SEM(BEI) ] -
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Fig. 4-13.(a) steel/58Ag-32Cu-10Pd & 870°C T 4% 8 5 &~ & & {5 ch TEM(BFI) ; (b)-(d)
& u] & steel(a-Fe, BCC)~Ag-rich 4p §= Cu-rich 4p enSADPs> ¢ i crazone axes ~ % & [001] -
[011]4-[011] ;(e) dark-field image(DFI)*# ;- ¥[011]> > & + 4 order domain =1 3R,
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'3

Fig. 4-14. 3 Steel/65Ag u-% ‘
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[001]Cu-rich

Fig. 4-15.(a) steel/65Ag-20Cu—15Pd & 920°C T ##:8 5 &~ & & {5 ch TEM(BFI) ; (b)-(d)
& u| & steel(a-Fe, BCC)~Ag-rich 4p §= Cu-rich 4p enSADPs> ¢ ¢ crazone axes 4 %] & [111] »
[011]4=[001] ;(e) dark-field image(DFI)# r ¥[110]:> = » ¥ ¢ i order domain st 3 -
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Fig. 4-16. 5 59Ag-31CU-1C
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*

Fig. 4-17.(a) 58Ag-32Cu-10Pd/YSZ ‘= 870°C ™ #:8 5 A 4842 & 14 cn TEM(BFI) ; (b)-(c)

& %] & Cu-rich 48§ ZrO, e SADPS > v i® c77zOne axes 4 %]

w] % amorphous SiO; fv TisOs 1% 347 B B 2 56 & = ¥ # 4% 711

diffractogram -
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a2 [111]4e[111] 5 (d)-(e)~



Fig. 4-18.(a)58Ag-32Cu-10Pd/YSZ J & '3 870°C ™ %58 5 » 454 & {2 ch TEM(BFI)
(b)-(c) 5 Ti3Os e17 SADPs » T if® e71 zone axes 4 %] = [010] ~ [151]
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Fig. 4-20.(a)65Ag—20Cu—-15Pd/YSZ 5 920°C T~ #5 /8 5 &~ 454 & {6 en TEM(BFI) ; (b)-(c)
4w & Cu-rich 4p v ZrO, €1 SADPs » T i e51zone axes 4 %] 5 [001]4+[011] ; (d)-(e)4~ %l
&_ amorphous SiO; f= TizOs 7% fE47 & 82 v 2 i & = F #& 3 #7(F 1| 0 digital
diffractogram -
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Steel 59Ag-31Cu-10Pd YSZ Steel 65Ag-20Cu-15Pd YSZ
*‘ 111 R 411
Cu-rich -—-"B@ V@} Cu-rich -—’BK VOJ
Ag-rich Ag-rich O
[of) (o)
‘ During annealing * During annealing
Cu-rich
Fe, Cr, Ni, Mn, Fe, Cr, Ni, Mn,
Si, Ti Si, Ti
Ag-particle CusPd
Cu:Pd
Cu-particle —r Needle-like
Fe(Cr)

Fig. 4-21. & Steel/metal interlayer/YSZ = & 2 48157 & Bl(a) 870°C T X # 8 5 ~ 48
4% & 71 58Ag-32Cu-10Pd  ; (b) 920°C ™ & 4%§ 5 » 4ad& & 17 65Ag-20Cu-15Pd/YSZ -
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Fig. 4-22.68.8Ag-26.7CU-4.5Ti & fi54% & % ¢h SEM(BEI) > 4 W -

Fig. 4-23.68.8Ag-26.7CU-4.5Ti 4 /f i&4% & % ¢ SEM(BEI) & #52% ~ ] -



Fig. 4-24. Steel/68.8Ag-26.7CU-45TIIYSZ 5 920°C =5 & 4t & 15
¢71 SEM(BEI) ] < e | I
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Cu-rich

<4— Fe:TisO

<+— Ti20s3

\Cu-rich

Ag-rich

/

Fig. 4-26. 5 68.8Ag-26.7Cu-4.5Ti/YSZ % & % 920°C ™ 38 5 A 48
¢ SEM(BEI) «
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[101]Curich [110]Ag-rich

Fig. 4-27.(a) 68.8Ag-26.7Cu-4.5Ti %5 920°C T 4##8 5 ~ 454 & ¢ sn TEM(BFI) ; (b)-(c)
4 %] & Cu-rich 4p ~ Ag-rich 4p 72 SADPs > v i e77 zone axes 4 %] 5 [101]4-[110] -
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(1T0]Fe2Ti = [110]Ag-rich

Fig. 4-28.(a) steel/68.8Ag-26.7Cu-4.5Ti 1= 920°C = #:8 5 A 4842 £ 15 cn TEM(BFI) ;(b)-(c)
& w4 FeyTi ~ Ag-rich 4p 5 SADPs » ' i ¢f1zone axes 4 %] % [110]4-[110] -
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[010]Ti203 [101]Fe2Ti4O .

Fig. 4-29.(a) 68.8Ag-26.7Cu-4.5Ti/YSZ 5 920°C 8 5 4 484 £ 15 chTEM(BFI) ;(b)-(c)
> u] % TipOs ~ Fe;TisO 1 SADPs » & i ch zone axes 4 %] 4 [010]4-[101] -
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Steel 68.8Ag-26.77Cu-4.5Ti YSZ

Ag-richO
Cu-rich — V
(
'V
* During annealing
«—Ti— Zr, O
<+ Ag }
0
Cr, Ni, Mn, Si
Fe ( O
(
* After cooling

Ti203

» v o W Fe:TiO
>

Ag-rich

Fe:Ti

Fig. 4-30. % Steel/68.8Ag-26.7Cu-4.5Ti/YSZ # & cn2 <457 LB -
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Chapter 5 £#%

11 58Ag-32Cu-10Pd ~ 65Ag-20Cu-15Pd ~ 68.8Ag-26.7Cu-4.5Ti = & £ %
sh4 w3 & & steel(Crofer 22)§2 YSZ B B & T g > 2 & hiGakip g
B 20°C > & B & 5 5 870°C ~ 920°C ~ 920°C » 4#F B pFRF 5 5 445 > £ ¥
& = gnig * 3 (L SEM/EDS ~ TEM/EDS/SADP srjic s 14 47 ©

At ez PdAENE- BT TIi~E2cnAgREBE AT k&L
YSZ et f 41 steel o #SEM 4- TEM i #2p EDS & interlayer -
steel/interlayer ~ interlayer/YSZ 4 S 4 1T ° g3 Pd ~%m
interlayer ¥ > #.3% YSZ ] Cu-rich 4p ¥.FCC Cu; v /£ ZrO, 3 %27 < &
s Zr 11 2 j¥_steel % f2 7 - & Fe~Cre fdtiT steel %] interlayer & = Cu-rich
A A v CusPd @ 2 B 5 L1, f f2 5 1 ¢ 7 58AQ-32Cu-10Pd £ i i& %
P Ag SERAT 41 e CugPd 4P 4p vt 22 T 0 A 65Ag-20Cu-15Pd £ Ak P o
H_gHk e a-Fe(Cr) 4p+7 41 & CusPd 4p o 1 steel/interlayer 4 & X3 # R F &
0 i £ & Ag-fr Cu-rich 4p ¢ 3 IR Z £ % o & interlayer/YSZ /i & »
7 TigOsqr SiO, & f&F 4~ o & YSZ -~ steel ~ interlayer * 7 #4z > #H 3k =

A EHIRT S frﬁf@ﬂfvr AAGR AR AL G o

b5t Tisachg fia? o £iF Steel fpleny 3 253 7 FeTi4p » i 4
Fla Fe 87 44 e BT 2B HE TIF B9, a0 12 AR iT 40 6 0
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\

S 3R - & R 9 Agrich 4p ~ Cu-rich 48 o @ %37 YSZ fjeh 3 » a5
T R F A Ti03% FeTisO0 v iFenTi 7 & 4 W2 ] 43.75at. % ~ 41.59

at. % o =HF 5 O e £ i5(68.8A0-26.7Cu-4.5Ti)® » 11 % Fe &3 4

7 AT & RS B Ti v A YSZ RI#rAs S enE Rk o

TOUP A LETS 35 Tiei A Rk il Bk § 7 2 7] 107 mbar-l/s
A %3 Pdeibf S ARG 107 mbarlisedg 8% i .3 F Pd % 4 gy e
F] 5 Pd i {1 MO0 A A g (SR LI A8 G TR £ I

wzy TihR £ R ? - Fla TichFldg > &

\\\ﬁr

BE RS T 01 _SEM P
By g 30 3 YSZ Rl )= Tip03 % FepTisO & B i chs ok - 37 s
Ble F A5 FeTidp > ®raid 35 Tiendg & 2a%k 2 5 %‘]viﬂ];rsﬁu; o
ARBRERT PRI PRFRERBFREFRYDRA - RERHFEFR
Ag-Cu-Tichg P B e n a2 g AT k4 R4 R ¥R Ag-Cu-Pd sz
BAF o B F BE R RTED RS- R BRIFT R EAFE T T Ao
BN G A KRBT K Ti0s 2 Fe,TigO » @ 13452 pedp ) » )=

Fe,Ti,Oeh ¥ it f » 7 kA L chipipa & -
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