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Nuclear waste glass alteration in silica saturated solution
Depth profiling by ERDA and ESCA for simulated nuclear waste glass -

Seiichiro MITSUI*, Mitsuru KUBOTA**,
Akira YAMAGUCHI***, Hideo NAKAJIMA***, ****

ABSTRACT

Leaching experiments were performed with simulated nuclear waste
glasses in silica saturated water at 90 °C for periods of 28 days in order
to clarify the alteration mechanism of waste glass under silica saturation.
After leaching experiments, the depth profiles of some elements of glass
surfaces were measured by ERDA and ESCA.

Depth profiles of H and soluble elements, such as B and Na, for the
simulated nuclear waste glass after leaching experiments demonstrated
the formation of glass hydration layer and the depletion of soluble
elements in the glass hydration layer. The results suggest that alteration
of nuclear waste glass under silica saturation is atiributed to glass
hydration and the leaching behaviour of soluble elements depends on the
growth of the glass hydration layer.
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1. IZCBHIC
BV HSHEERITh B T REHLE (T, BRMNTR) ORELSEET
ORMBHBEEEG OB, WBELS Y X7 20HEFMEET) ETCEELRBRETDH
5. Z0720, ERSOFERBEICBVTHRL 2E&HICBIT2EED T I AORKZAER
PERBEIN, FORRIIESVEZLDEFTVIREIRTVE, ZOW, EEY T
T ADEREED T DERDTH 5SiONERIISICBESING LT 5 —KIFHBRKIDE
7NV (BlzIE, Grambow, 1985) &, BEWH 5 ADBEREEETNVE LTELZITA
hohTBY, [BLVNIVEREGHEREY HBLS I FFRER O &EE K 3EE—]
(BYREEM, 1992) CBIFABITEFTVO—EHE LTIRAEN, LEALEYS,
CO—RBBRIEETNVICEDCHETIIRHEROBE S M BRIBEVEMICETLEE
R0 L 25720, BHERROFF AEB AV EREIRTHESI N TWAEME
B TOUBEEITTRNa, BREDRNZ RINBEEEE k) CLIHATHILENH o
7o, CORPMBEREEIC L ZTHEBETLTROBRBIZOWVWTIE, BRAZNIIALERER
THEAIADL YV RELEHENEMT Z2RIBICEBET 2 I E2T (FIZF,
Grambow etal., 1985) P NETRITAN LR TV, BATRITERTRORLE
PREBHEOFFRICHBA L THEMT 2 &) ERERICEINT, 7 ARANDKSG
FLEDIEBICEBEHTAR M) 7 ADKMEZBIZERTHLVWIZBLAFRESINT
W5 (Bl 21E, agakietal, 1994) . =V 3H 5(1996)ik, BT 1 BOBMBEREHA
RERERICL Y, BREAHO—REBRICOEELRE LFHTOTBEETROR
HEENZOWTHKRET L, Inagakin(1994) & FIHFRERZHE TS, LEALRAPL, Zh
SOMEIZITNIBEKRROF I AFHWARBERTH o 272 0KASTIHTHPEETH Y,
K5 AREHEBIZEDLIIZEE L TV ARIZOVTIRER IR TWwiho /.
BT, BRERBREORASHEZZER L THFRROT 7 ABREHWTHEET A
BRI L 72 46T OMCC-15 4 7 (Mellinger, 1987) OBHURBRBE T o7, 72,
BHABRBORESNHEL LT, BERABROKROBE ST T 7 4 VAT RE %

Rkl F#Hi: (ERDA : Elastic Recoil Detection Analysis) %°, ¥ 737 0¥ % —%—0
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TRBETT 774 VOFHIER %2 XHAEFHHE (ESCA : Electron Spectroscopy
for Chemical Analysis) % B\ THEBEON I AREIIBIFARESH LWL, ML
HIZBIT B TEETROBRBIZOWTRE L7,

28, FREECBITHHN 7 AABORESTICEDL L ERIE, BREEROREH
FL LTEFRELERFBEEFAZICBVTERENS: [FIAKALEBADT
RILBUCBIT B B3] (PNCZJ1638 94-001) , BLU [HI A EAEREBRNOTEN:
BUZBIT A% () | (PNCZI163895-001) 12k > THLN2bDTH 5.

2. BEHE
2. 1 ##

HERIZIZ, BREERTHERLEREEY T 7 X (P0798) 28k L LTHW .
HoABHOEFEAELEZRLICRT. ZOHTF A%, HI10mmX 10mmX lmmDFALE L
TEUYHL, FEFELETFLA®R, =5/ VP TBEESREL, ZRIE-L0
Y T < R DA
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K1 ERREEDHT I XP0798) DL

tERS | we | EERS | we
| sio, 46.60 MnO, 0.37
23,0, 5.00 RuO, 0.74
Fe,0, 204 |  RhO, 0.14
Ca0 3.00 PdO 0.35
Na,0 10.00 Ag,O 0.02
B,0; 14.20 Cdo 0.02
Li,0 3.00 $nO, 0.02
ZnO 3.00 Se0, 0.02
P.,0; 0.30 TeO2 0.19
Cr,0, 0.10 Y0, 0.18
NiO 0.23 La,0, 0.42
Rb,0 0.11 CeO, 3.34
Cs,0 075 |  Pr0, 0.42
S10 0.30 Nd,O, 1.38
B20 049 |  SmyO, 0.29
710, 1.46 Eu,0, 0.05
MoO, 1.45 G,0; 0.02

2. 2 RUEFEER

BHFAREGTER2, BHEBRAFEZR 1ITRL:. ABFETIE, ERES/1BTH
% SiO(am)DEIFIEH (LTSIOBME T5. ) (CHEREEW I XA FBEL, MCC
— 154 7OBNERBEEZITo72. FIRAR 1L Si0,BF#24 cm’%s 77 0 Y &BERIC
A, BEREPICTOCOEH TRE28H BORMAERZTo72. BERIZBILT I X
REREEESA) & BHBEARMV DOEAVIE, ®om™* ThHho7:. 4B, BHRARIIK
SEEKTITo72. £/, 90CIIBIT 2SI0,BRDSINVREIIHISOgn’TH Y, Zhid
Fournier & Rowe (1977) 25SiO,(am)DEIFIRE & L THRE L TV A EIC—HLTwa, R
ERHI DSi0, AW DpHIZ7.53TH o 7.
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&2 HER&HG
REFE | HHRHEER (MCC-17 1 7RE)
R B |EREEY T T X (P0798)
SERIEE |90TC
HEREARM (1% 7, 28H
FEEZAK | 10mm X 10mm X 1mm® AR E
SA/V  |10m™

HEBREW |FERE T 1B (Si0,(am)) DEMEBHE, 24cm’
% FREEN 1 HORERICOWTIE, KRB+ 2EEKL 7.

\Z
) SioefE

—1
S
570

\

yASIVE E -

1 RUEBRFE

AEBE TR, SHzEEEIOMOEL, pHEEIELZ-0BIZ, 02 pymD A TS
Y74V —TRERZEBL, ERICREEEZEED 1 vol. %X THITAR L L.
ZDBEWIZOWT, NaZEFRNEE, B, Al, Ca, Fe% I CPRESEFITETHITL
2. ATZABBIZOVWTIRLY /- VTHEL, R L%, KESTICELL.
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2. 3 HIABRHOREIT

2. 3. 1 KB (ERDA)

RBRR FiREE R, DWEREOBTRz ARICFNTE 5, QW EESKE CNE
PR, OBIFEE, twoflaz AL, FRICAGEATOBTROESHFAD
BESHEBLILBTELIONFETH L. ZOUETIE, HENRLTITELY
BEnAF Y2 BAETHAICRERHL, ASRFLOBEFRICIYVRRIN-BTED
IANE—2GWHT B L TRSFAORESAFFLNS.

EATIE, ¥ TFTANMERTMEINZZANVF —2MeVOH* M+ E— 2% HR
BRpoOTSARKEICEFL, REAPLES0SymBELI TCOKRKETEROBRESHZHE
L7z, HERORBOEEZHM2, BIEEHFZERIIIRLA.

#*3 ERDAHIESLME
23 B | WL KFS BB A 4+ >~ ¥ — ABITEE
ASH A4 F ¥ |He(2.0MeV), 6nA
A &t A E\#17
K Bk £ BE|#930°
7 4 4 WV|<4T7—(8.5um)

‘He?* 2.0 MeV
—3
6 nA

Mylar ;:7

Detector
X2 ERDAIZ & AHIEROREEE
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2. 3. 2 X#HREEFHEE (ESCA)

AETH Y, Hom

AN FY T EHRETALEND B,

FHETIZ, XBRIFEELLTADK, X# (1486.6eV) %FEHL, Ard/ 4> ¥—2a |2k
ANy Z ) T e L TNaB L UBDIES HRIDEES % HE L7

#l 2

DFx =T v T2y 5720, —a— 754 F—IZXVBEF4BE L7,
ROBBOREZR 3, WESRHLE4ITRL.

¥4 ESCAHIESLRMY

X#HENE %ﬁy’cﬁﬁ%ﬁpmssoo TRy 7 - 774 (B) &

X ® R

Al2mm (monochromated)

AR & Yo

A1+ A

4% BIE : 3kV

A F VB . #3.40A

FEEEE . 4mm x 4mm
(ZDEBTOHN T ADRAINY ¥ BEEIZH20A/MinTH 5. )

3 ESCAIZX 2HIEROREESR

KEVWTHEBOBRXRZ BEHEREICRE L, XBEHRIC
Lo THRESNZEFOIANF - 25 T2ZLI2L o TRBEBDOTE L ST 5
VO LBREADEESNSTETH 5. ESHFRMOMTIIZA +

T, BF
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3. BE
3. 1 BRHEEST

BREEEY NI AOREBROGTEREES IR L. K505, NaB L UBDRH
EABME L LD IHMLTWE I edbhs, 72, BHEOPHIZ7 BEHE TRRH
MLTw5%. H4IiZNaB L UBOHRLEHNEZREHMOFFBIIHLTTOy L
72. ZOED 5, NaB LUBOFEKLRBELE S ICRHOFHFIRIZILBA L THEMT 5
ERIVFEARNS, DL S %RFHEEN X, nagaki 5(1994)%° = HF 5 (1996)D HER #%
REFLEMTHS.

#5 HEEREEYHT I AP0798) DEHBESTHR
BAf§ | Na { ALl { B | Ca | Fe |pH"
(B) |(ppm) : (ppm) | (ppm) } (pPm) ; (ppm)

.................................................................

1| 0.4} <02 <0.2{ <0.2{ <0.2| 7.62

7| 1.1} <0.2{ 0.6} <0.2}{ <0.2 | 8.02

28| 22! <0.2] 1.0{ <0.2{ <0.2| 8.02
¥ HEBRRERIOpHIZT.53TH o 72,

3 1 b ] || | ||
B Na o
& ,p OB .
= ]
S N
- 1 SA/V 10m~" -
< .-' Glass P0798
.° Temp. 90°C T
02 3 4 5 s
v Time[+ day]

4 NaB L UBOHRBLRHME & AR OFHROBR
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3. 2 RERNTFHRIE (ERDA) BXUXBAEBFHE (BESCA) 12k 254

S512ix, BERRDO N T AEKMIZBITHERDAIZ L 2 KEDRE 17 7 £ ) LESCA
CEATMEETRENaB LUBORE O 7 7/ V2 bR TRL. H512B8BWT, B
BELBIZHATAREY 7 RKDPRAL TRRRENZIZ—FEDOKABIATR S,
KB ONa b BYEB L TR ABFHHEARNS., ZOLIBHIRAZ MY 72Dk
N & BAHEMTT R OBERIE, Lanford® (1979)%°Lanza 5 (1988)12 & 5 EERICBWT H &
BENTW5, KMBOES &, BHEE 1 HTH2000A, %7 HTH4I4000A, 28H T
6000A*PLEE o TV 5,

X COBREOERIITHUEORRTHS.

e
o
N
=)
o
»

—H ]
* Na

—H ]
-Na'
0B ]

P0798(1day)

P0798(7days)

0.01 0.01

Concentration(10 *atoms/m?)
Concentration(10 *°atoms/m3)

’ 4000 80-00 00 40I00. l l8000

Depth(A) Depth(A)

% 0.02

g P0798(28days H ]

g | * Na-

5 o B

To.01f .

; B op o oo

g 0 (=] " 4

o 0 4000 8000
Depth(A)

5 ERDAB X UESCAILX 2R HEEHERAT 7 AXKEDH, Na, BIEESITEE
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4. 8

E4uﬁbt;5u,ﬁﬁ%i%ﬁ?xﬁaamﬁlwhwﬁ%w&&iu%ﬁm¥
FRICHFLTHEMT 2. Z0 L)%/ tANCH ) BREEE)E, Grambow 5 (1985452 %
LTWa L) REMAELL DS, HHIBRET2RRICHET L LELLHISRENT
bb. WIADBHREBIIELAIEER AL LTIE, OFTAT MY 7 ADBHR
Rt (Hydrolysis) £ Q)47 A< h ) 7 ADOKFIK )t (Hydration) %% (B %, Fenget
al,1994) . DL, (NVDHTAT M) 2 ZADBEFIZOVWTIE, @ UDICHRLLS
WEBSDTHLSI0,DEFHMID ICEREEI NS0, HLEL TEBRTHS. —FH, QD
HIAR M) 7 ADQKINE, HTIRAT MY 7 ANOKRGFOIEBICEERIND LEZ S
NTwah, —RICIZFEEKRD &) 2R/RBERIBRE L EOBIICOABES LD
B L@H TS (FIZIE, Grambow, 1991) . LA L, ZHIIFHFERT CRE
WWRIBHNITAR M) 7 ADBERBRIKIDOERIZL Y, BR2TE, KARKIGHFETLTY
ZVRHPDEHIIZRZTWELRITTHY, AMRDEIIIHIAT M) 7 ADEBERIG %
HHElS 2T}, KMIREPERT S EELLNSD.

SITRL72&D1Z, HEBREOT I RIIHELMIIKMEELTBY, FKkME»SH
OIBEUTEORHMOIBOOND, S5, KMIBOESPrLREEEZRDZ L, RE
B 1 HTH06ym’, 7HTHlgm’, 28HTHI6gm’LLLL 2D, TTEBTEORE
BEBRA—HLTWS (H6) . ULz 25, BE7r A BISENLEETITS
AT M) 7 AQKNEESETL, TheTERETRORBEH CIBELBLR D 5
LE25. 28, KNBOEE P LBRHE~NOBRE TR E V2.

NL.,. (&/mM°) = Tyyomion() X 0 g1 (/)
ZZ T,
NL, :KHBOESH»LBHEL-EHE (ymd)
Totytmion + ZKFIE DIE & (m)

Pus - BEREEEMA T R (P0798) DEE, 2.74X10° g/m’
TH5.
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B Na .

; | .’ :
FofEr. o7 F
2 | f
— B sav tom
< E' Glass PO798

. Temp. 90°C
i I T R S
v Time[y day]

K6 NaBLUBOBRELRME LAMBED,SBRE L - HRLREED LS

5. &

BT A BROBMLEHTON T ADERERIIDOVTRETT 5720, SOBHR %
HWEMCC15 4 7ORMBEEBREER L, RBREV 7 2 ¢ REBRFRIEEB X UXEX
EFTRRICLoTHM L. ZO/BR, BAFHTEAFIAS MY 7 AOKMEE A
By, KMBLOUBEETRIRETS e bhorz. I, FTIARMIZAD
KMER & THEBRTROR BB ORBEFE CITELBRIH 2 LEZ bR,

SE, BETFABRVEALEEGETON I ADEZIZONT, 5HE28RH &) B
EHEORBARIZL o THRE L2, B, F7A< M) 2 RAOKNEESEHIZ D
BN DPEPICOVTERALLICT S 20, B ORERE (RERLB400H) |
RO FTFaINTHul/OREMRELZERLTBY, JERETALITFTETH 5.
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ABIRT DO BIZH72 ), RRTEBMMEFROILFHIELICIX, ¥FXOKNBESK
BT ARERBIEZTEV 2. £/2ERDAGH TId, Bt kFESBMEHEFOLON
B, KHE-_BLOTHHZEVZ. S5CEFLBEMERERT7 75 F7ok
A - GIRAREDOERICIZ, ¥IARBBOTEM CBUF IR o72. ThoDH 4
2, BRHOELEERLET.
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