Mo B OB 4
BT T ADT T ABBIRELL T T U — 728 & 2 O o fiE A

MR EE4

WHFE T HHE 4
FALKRS: - M EHIRZERT « IEF5 52, MULEEE,
FHBmEE « R - AR, A SO

1. IZL®IZ

PN EBRITT A (BMG)  1X, BlEE - JEMETR S, JEFTIRE, AERINEE OBBAEEICENA TWAS Z &
WMo TWBEN, HIABBEE( ) UTO7 )V —7BHRIIOWVWTIREFAILNTWHARY. 2O
KX, BMG @ 7g 1T —#%IZ 100—500 CREE LRWZ LB 7 U —7 04 U WER T TOM A EE X
TV eEEZLNS., LrL, WRICBWTH—L L7 BMG VAR MEFoOF ERBRE TS
L, FOBELREICENTHE I —ANETEDL ZEREHEINTEY, U TORWEEIZEBWTH—
EME (FITENMN) FICBWTEE (7 V=) 23V 7—2arBAECAAREERH D, EA
LFZOBSREHLNILTEBL ZEITEETHD. T CRIFIETIE 7o LTOIREIZBIT S —EME T
2B DT &R T ADETERHE 2R S 28 2 5T 5.

2. WFTRRIE

7r5,CusAlNij at. %BMG (Zr50) (ZHBWT, HERIRE (7) 28573 K & 7g = 710 K k0 &+ IRV IR E
TIZBW T biEmEa L LEE, EF, BIUONE 263 2R UV —7MgnE v, £z,
473K FCIT - T2 BR TIS 1351 5ETR S 2TV KR X 72 C S AR £ T8 A s & PRREN 7203
AW LRE L. ZOREOLAES, B, &7V — 73R S 7o 7 O 5EER &k 3 v 7
V=7 AT EFPRENTZ. ZRbDZ & XY, 7Zr50 1% Tg D7 < & b 200K LA HRWEE Tk
THRmAEE LD 7 ) —TERE T T N DhoTz. 207 ) —78FIE, R EATEHN—EE
HOZEAET 20, MR X2 —ERICL - TAELEbDEEZ BN, T0%, BRI 0N,
ONT B EED R TIE < 72 o TRERASBE W O 0TI O AW 2 RIERIRF IS8 4 - R L, Z o
DEERLHEAWRHOF AN LT Ro7otk, SIRIEE LIz AL, $, EIXERT 7 A%5E
DR EREZ R L, (KRE LTH T RREDHEF STV, Z2hbnZ b, bESHW LT
B AR D Zr:CuggAl Nig at. %BMG (Zr55) IZRB W T HhER ST,

3. WU

Aal, Ni OEIENE S THEWEICEN S L& 2 b D 7r50 & EHR D 7r55 2V, Te (23 % 3BRIE
ETol L, BIERS oy lZkT 2RBRIGT o AR CIC LS F T EmBERRZFEm L7-& 25,
7V — 7RIS —E L=, 722, BEETONT AT Zr50 O KR E VM 2R Lz, £, Zrb5 2k
WT T=473K & Tg LY 200K LL FIRVWRE T (7/72=0.69) IZBWT, o/ /o, =0.65 & 0.52 D)5 )2 A
L7zE A, 1200 A5 300 H CERZ UV —7HIGELI-EA BN, 2 b0y V=781 1%, &k
FATEC—HEICAE T, KR ENC X 28— EBRICE VAT D e E 2 bz, O T HREEICHHIT 5
I SRR, PR DR D T/Tg=0. 84, 0. 81 TIE#I6( 0 /0, =0. 20~0. 63) TH 1, IKWVREE D 7/7g=0. 69
TIFHR 1 (0/0,=0.52~0.65) ZxL7-. £7-, XRDBIEDFER, 27V —TEHENLWEE AL &
b U TS REIBEBED I < 720, BRBR H BN R K EBEEN D R WG EITIZIA AN R ohiz. =
NOEDOFRIIARHTH DM, BRMEIHOA D =X LNERRD 2 8Bz b, S%EEEL BT
HTETHD.

4. F £ O

Zr ZBMG IZEBWTIE, 7g £V 200 K LA EEVREE MW TH 7 U—TEENEL, TE ok ZhEN
Tg & oy THML L7 ZF CI2TUE, 7V —7if3iziE—&% L7z, LaL, SO AIdfiakic L
Ripodo. OFTHEEITHAIT 28 HEEIE, IRESWVICHEIZITN 6, RWIEEITITHN 1 2/RL,
TRFSEICEZR OB D Z LR EZ BN,
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The structure of metallic glass is inhomogeneous from the aspect of structural relaxation. ~ Although the Cohen and Turnbull’s free
volume model assumes a size distribution of free volume in the glass materials, it is a kind of homogeneous structure model, because
it regards the structural relaxation as the redistribution of excess quenched-in free volume.  On the other hand, Egami has insisted that
the structural relaxation is controlled by competitive annihilation of two-types of defects, p-type defects and n-type defects. Here,
n-type defects are conventional free volume-like dilatational sites, and p-type defects are compressive ones with short atomic distances.
Clear experimental evidence against this model was previously presented by volume relaxation in a PtgNiisP,s BMG.  In the present
study, we examine the validity of two-defects model with a Pts;5Cuyy7NissP»5s BMG showing a larger glass forming ability and
ductility during plastic deformation.

1. $#%= (Introduction,)

Cohen & Tumbull @ free volume E7 /L[] Tl HT7ABURHIZHFES AL TS A R 53405 A 3 DRl 2203 (free
volume) 23 BESHLZ LV BESHRLEEL Z 351 2 I Z 171> T T D BIRAMEIEREFN Cho 2, IRIS-R DB RO E 1L, 2Dl
FENZH1T D IR R UL TR BB R oA MO, WO IR R D A M B A TUNVD, LTZ o T 1
A 2L XTI, TRREBIAAIREE (To) (23617 5 A5 F-#IFREE Z Eb~ T dilatational 7265l compressive 72 fElHS
T AR RSN D EEZ DT LT BIRTH D, Egami [ZZ OB, BiFE% ntype defects, #% p-type defects LI
AUTZ (two-type defects model) [2], HEEFEFIIEL, ZAUSME DTSN T HiFE Tho 73, p-type defects | ZVHIRIZ LV AFED S HIN-
HDT, TR AEEEFNZ 0BIIE D FEIO SR X, p-type defects DEFG-HMENN SN EIZLD, ZOFET LD
TP L, REERERIL 7=L %D PDF (2 {4454 R8%L. pair distribution function) (DZE{KIZ- VN TOBEHIEERED I HESU T
7273, FOIT PtggNigsPos BMG O AFEEFHEFEA ZDET ULV CE DL 0h o7 [3], ABFFETIE, K0T T A
DN EFRIESHI TV D Pds;5CUL7Nis 3P0 sBMG[4) % FV Y CRESEFIAIE A1 TV O, two-type defects model D24 A HRRES
2o

2. B4 (Experimental procedure)

BN TR AR T U LT FTEORRLD PE(99.95%) . Cu(99.99%). Ni(99.99%). P (99.99995%)7 51k
DEAFRRLUTZ, REESEMIL T B0 77y 7 AR LI A I | T HZZEI UL CRlIEL | B-@0—{Wiiia 2 [BfT-72, £
D%, FTEDEBDEENSKBEE ANVEIZ LV ELE 8 mm D H T A EREAERLLT-, 3BT E/L 77 AL, DTA & X ##
BT LT D 1=, HEEFERIEFLE, FTEDEILIRA S Y 2 A LS AT T T 3B B BERIE A SRR TI TV, (AFE
IR T, SRR C LD E A L AT~ D720, DIED ez (BLTC B —LTA2) VT X #i
WEERRNTAA T 2Tz, ZDOEED XD R/LF—1L 16 keV (R 1 =0.077491 nm) THY | [FHT IR T8 7 O BUEA VT,
(BT 2 0 =4~140 FEOHPHCTI To7,

3. FEREBIUELE (Results and discussion)
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[X11Z70kD> DSC (FHEEE 0.33 K/s, Perkin Elmer Pyris 1 DSC) JHIIE & 4

%y, DSC H# AR BN 72 3T A—=23, T=501 K, T,=576 K,
T=760 K THY, PtgNissPos BMG DIHE AT AEFEIRIE T, =Ty/T,,=0.630 |Z
FEATRELEUFH0.659) 341 CUD, K212 X MME S TR 2~ T, @I,
Qi(Q=Q{S(Q)-1}. TH%, ZZT. Q=4 wsin O / A ITEELAI/ LD KEE,
S(QUEEER T ThD, (O)IFN(1) THZLNAINIC, QiQ)E T — VA Ha

E)
&
=
o
©
T
. X1
R EEETI FETRE FRETE IRRTURET I SRR AR AT FENRE AT R AT
400 500 600 700 800
Temperature (K)
M)
60
sl (@ E:16keV
20 /\
, /\\/\\/\
-20_\-/ \\./ \I/ Il 1 1 1
2 40 B0 80 100 120 140
Q (nm )
600 '
(b) Ptg; 5Cuy 4 7Nig 3P oo 5
400 -
200
0 o)
VT
0.0 0.2 0.4 0.6 0.8 1.0
r (nm)
<3

4. F&¥ (Conclusion)

L TRz el B, G(r), T,

G(r)= %EQi(Q)sin(Qr)dQ (1)
0

ZDH T ADREER T L ERAEIEIE, X 2 (T L) @ O8RS

BT ALFIRES BRoTWDLIERNGND, Tz, REMZR
PdpsCusgNizsP20. PdigNisPa0 BMG DR 78 nm-3 FLE Tt L TAS AR DR
FEEL 70 nm S FRETH Y | T AEEOE NI L TH D, K313, 486 K

(Tx15 K) CORERERNILE S BEZA IR CTh 5, BT EE EedT
HEEET /M X D fitting (THRZRVDS, B S NCEESEFN#RT 2 Bi 2oy
NTN5, £7-, 3.0x104 s DEERTAIC, EHEO XFEHT7 1 7 7 A L Z2HlE
LM LD IR IERD SR~ 1=, BRI Z D X 512 2 BTy
DL HBIGH T, PteoNiisPss [3], PdasCusssPiss T LS4 TEY | twortypes
defects ET NV EFAWVWTHIBRE L THHAINTWVWD, RIFE T,

as-quenched 4 DFEFIZEEN 272 &[RRI, ORIBERLIZ X > T quenched-in
free volume & (OFE V. p-. ntype defects ) AL SH7- & & OFEFZE),
@F&EEA T AT Ductile TH 2 Z EAHE SN TNS[4DOT, cold-work (2
57T free volume ZH72ITEA L CREAIEEE), OE(LETHRDHZ LITLD,
Pt575Cu147Ni53Pe2 5 B A 7 A DREIEEAIOISHAIEEREZ ] 52N LTz,

Two-types defect & /L THEEFZFIMERE S RHS N TV D PlgNigPsBMG @ GFA i B L T Ductile (ZL7-
Pt575Cw147Ni53P225 BB AT 7 A ZAFRK LT, £ OREERFOMIHRI 728852 B 50N 272912, W11 as-cast #D
ERE RS EN AT & 2 A, PteoNisPesBMG & [RIERIC 2 BeOREFZEE 27~ d~ 2 L 033 o Tz, [FIRAC, HEdtE
FNCEE D BT AEEDEA &I~ BT, #19HIZ as-quenched M OREEE i (PF-BLTC B —LA7 A ») ZHW
T X BHEERNT LTz, AEJEAT 7 ZAOREEE, RERR Pd-P A BMG &< H2oTN\D Z Loz,

3 | Fi 3k (Reference)

i)
2)
3)
4)

M.H. Cohen and D. Turnbull: J. Chem. Phys. 31 (1959) 1164.

T. Egami: Ann. N.Y. Acad. Sci. 37 (1981) 238.

M. Kohda, O. Haruyama, T. Ohkubo, and T. Egami: PRB. 81 (2010) 092203.
J. Schroers and W.L. Johnson: PRL 93 (2004) 255506.

Fl| P4 (List of equipments used)
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1. IL®IC

TENT 7 AREEIILD, @B T AEE&0T / fimE&Il% T b DI E &M EHT, #
MBS o 2B W CRAMEBEITRZ L TRRE LoD, 512, BREHEDO RO 72 I eI ALEE %
VLTS, ZOBWEE, 2B TEAINLIBUS ) OFEFRMOINT, FEHEFHRNET 2R E B
FEOMRE (FEER) o ekl - BET N7 7 A 2 EELO7-OI SN d DT, AamdE
SR DRI R A TR 1) | S 2, BT O $REE MR- A 4 O Feili BV BRSO TRE I BV T,
INET, WRRBOBIBEEMEOKIT, BROBAEQIZE > TEOHMEZER L TEZ, L, F
ML, o7 7a—F b OB RS OWRE, S 3iX, K0 D7 nWEBRFATRIEIC X 5 &
WARMFOBENZFREE T HKRENTHZ LI, 4%, IEFEEMEIOISHEREZEZ 225 ETHEEL WX D,
I A0 3 1T DAEE A L & RFFEDOBRIC OV T, RO AN E L ER 2K
Bth 2 A9 2 TEEMEMMEN S| B & EROBHIE TEEOREN2EINTWD, 19 )5, BEEIC
£ 5 FEHAR DOEBIC O W TIE, BRIEHROB(L) B A U2 miI b 220 FESREFE 2> & OfE b
fLic X - T, EiEPl, MR E b, FESLERN L OfEEZRL (FEddri) =itz ons 2 &
DA LMNEIRSTWND, YORIFRTIX, BRIV T AGE LT /R EEIZBT 2 BRFHEDOBL RN G D
FoE AVLVER SRR % . BRIEIIORE R L ORI EZEHERE b 7 e —F 325 2 L2 BiC, FHll
VAT LOREED HENMEMERR & AR EBR ORI & L CHFRITERZI1T - 72,

2. WFFERIE

13U DI FIRBRICH T 5 4 B TIEIC L 5 RTESII O L & 3T 5720 DL AT AEEH 5T
F e, AlEl BULERIE I\ C I R R & RS AL, IR ORIMRA 2 — U8 (MILA-3000)
-, EROFEERICHO T, BB 5 2B 0 FITe RS I1C PID HIE S - BHRER NS
728, EHTIXZERM o7 M BT DK 9Am D/ VAR IIINb S 2 L AR LT, =
FUCHEIR U CRERR 7 056 A OB MERR CITIE BB G 20 = v | S HHUEIC I R E BT 40%FLE 25
BN LTV, Lo CHIE FOBEBLENET 575, A A—JPOEERE, ¥ 7Lk Z—Rik
ZEFER PID ORE A EEITITH = & T AELIER

& 4 1.6A/m LU T £ T35 2 LIZpI LTz, P! W S R ]
%112 FesiNb7Bo &4 D HEMBEIC 31T 5 & HARGRg TeRS0RImn
BRI OB 27T, M. ZOERITL AT LD
BIEMEER % R TIT - 7= b O T HEE B O S THFE
ODHRERTH S, KI5 L HIc, FEEEE
B D BAEHE LRI S HIIZHIN L, 750K £+
T CHAI DA% R L RN TR 5, Z D%,
920K HE TR UMK 253725, = o, JIE ik
BNBEWIEERE R =7 2017 T, ZHHDORR
X, FItELOFER O FEHICILS —FHLTBY, & 4 -~ 100kHz
B4 b 7= 28 O ST 7 — 2 BERENE 2 100 - palateel |
—é—é : k@%ﬂzﬁ:kb\iéo J:OT%I‘{EIJ:/X%A@% 200 ’ 4(IJU . 6:)0 ’ B(IJO ' 10I(JG i 1200
ﬁfiéﬁk L7z & *U[itﬁ L. Ykl/ VT, ?&ﬂfi%ﬂ@@%% Temperature, T (K)
PE7— 2 RA R /s FeSIBNbCu 7/ #idh&r @il 1 FesNbiBo & @/l o HimiBkIC
PVTHERER 2o T, B R E SISO ZEL.

1.10

1.05

Reduced resistance, R(t)/R(293K)

3. WFERR

212 Fer355113.5BoNbsCu1 &4 @ 10K/min 3 X O 100K/min F-EIBERIZE T 5 R BRI OZEE) %
AT, KINCAD L DI, RIELMEGUE X AR CHEFFICHIN L 700K I TR %E, RV T L7c
BIZHOMARE—27 ZR" L TW5, EEEEO RN L - T 850K &6 LV 910K {1 TRHHl S 15 v —
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JDORESHELTEY, FiRICHEY BKIHE ‘ ‘ , , , , , ,
FLOZABAIZ SWTIER 1 0 FeNbB &4 & B
FEECH -7z, W, REEREAER (DSC) 7 ver i 1
MrOFE R 5| 1 8] B ORRK ST TR S LIEE
YT 25 Z LRSI TR Y, RN EHESE
PSR SA (RRAIEE 2 H 3 5 - oBEXES
RRIELEF LD BIEV) O hE 722
LERETS, £, bR N L6 EEAR
T Z OB EN BRI BT D Z Ll 20T
HFEEE T, —ROMERS Th DMk = 72
ZELFELAR, . N
RO v — 7 BNER kR 2R3 2 2 lTo -

095 |- .

Heating rate: 100K/min
- - - 100kHz

105

100 +

Reduced resistance, R{t)/R(293K)

WTHERIE FIEITERT 5 5 O T, BEESCEK 00 : 500 00 pros
BONROEBZ LD | ABEEIC L > T e Tenigaratine, T
FUANEDLTDTH D, —J7, FBEBIKE 2 FerssSinsBsNbsCui A &2 i o FiR
EATEIRA Y — 7 O ENFIREEICL - T R BT BT E SR OB

BAbT 5 Z IOV, B—27 BB RN

BWRICER L WD Z 2T 22, ML MEVEE - B2 /T A—2 L LT LTWDZ
LERWBINORT OBV . HEO R 2 SRR T 2 MR I BAIE 35 & O IR S
BIpHZ L EE%T S,

INHDFERNS, VAL, KT/ FREEOMBLIBRRICE LTk, Me oEE L FiREE
B A ESEPUE A FHA - B35 2 & T, /EROFEBR TR (B R A RICEVLEE A E L, 15
SN BT R TCOMKIEEITH) OO’ 8RAMRAE 525 EMERH DL E VD, &
. A =X ADJEIRE - FAEEERFEOFEZ 1T LD, Cole-Cole 7' 1 v FOEREZEIZL Y E—F
OGN, AR A2 L TRREEZREE TS 2L T, BB LoFIIC XS, ;iR e4
DI BT RIEAT T A % B D TR FE M G BN 3817 5 il VL BRSO B H o FNAR I, L—F
MEICH ST A M AOBEICRE S E TV ERZN,

4. £ &

AWFFETIE, RURAEREE, FRICERIETUC & 2 IRVEHRIC B 1 D05 - T IEAE BE & AT 4 % Fik
& LT, Ml AR & s IR RIS rTRE AR RAMIRA A — VP &2 TR L LI RIS 2T L%
HEEE L, £ OEERER & Heda T T/ ff i & @R D FeNbB & FeSiBNbCu & 4% V727 — % DHL
ATV, BEVERHL 21T > 72, BRIEHTRE IC TH D VIS RERIFBAER T O RICFE L b DT
bY ., Ak, T/ RBESUSNIEIBT T AEE b E O TCRBEMIEE & T 5 FER A @ U T AL
EAE L, RIS B O Rl BLBR S 2 T A & L CORENLICT I TE A Lizwy,

HEE

FACKRZF T geRE (Bed) oEtHHESE G/ & ONS m /MBI I X B SR H TR OFHIlR T L K78 %
XEEWEEEE L, £, RALRZE BB IERT O IR F RUEBERITIX, ARUECATRET 545
M SEBRAEE O I ER U TRBI O BLE &R RORREE « FhimIc W T MM A 2Rt nziZE £ L
Teo ZOREMEY TEIBHLE L BT ET,

235 3R
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