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Isotope Analysis of 30Si in Engineered Barrier Materials

Chushiro Yonezawa*
Michio Hoshi*
Enzo Tachikawa*

Abstract

Isotope analysis of 30Si in engineered barrier materials for high-level radioactive
waste glass disposal was performed by neutron-induced prompt y-ray amalysis (PGA)
with the cold neutron guided beam of JRR-3M. Calibration curves and analytical
sensitivities of 28Si and 30Si were obtained from measurements of standard samples of
288 and 30Si. Detection limits of 28Si and 30Si in leached samples of 30Si diffusion
experiment with water were measured. Silicon-28, 30Si and 15 elements (H, B, Na,
Mg, Al, Si, S, Cl, K, Ca, Ti, Mn Fe, Sm, Gd) were determined in two kinds of
Bentonite. Analytical results of the elements in the samples were in good agreement with
the values of PNC except Mg, S, and Mn. Detection limit of 28Si and 30Si were also
measured in the Bentonites.

Work performed by Chushiro Yonezawa, Michio Hoshi and Enzo Tachikawa under
contact with Power Reactor and Nuclear Fuel Development Corporation

PNC Liaison: Tadashi Mano, Geological Isolation Technology Section, Waste
Technology Development Division, Tokai Work

*: Analytical Chemistry Laboratory, Department of Chemistry and Nuclear Fuel
Research, Tokai Establishment, Japan Atomic Energy Research Institute
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BAF - ERBEREER (B TR, FUALT T AELERSERERDOEL
SORLEBEBMO—BE LT, H7AELFERTCAISNYTHELTERZASZNY M
A POEBHBETETH S Si OHBEHEHENS L, RERME *Si o bL—F—
ERFBHEINT B, *°Si ORMEMTEE LT, DEESF, )PEFRALS
., FMIHENE v 8454 (Neutron-Induced Proupt Gamma-Ray Analysis, PGA) &%
Ei1oNh3d, BEAWICHLTE, —BILLEZRONE (FHES7 7 X<HEST RU
7 ydb# (C°Sit'F.) MOBVORES (BEOHEESN) SOMBEICIIHFBTT D
Live £, FHEFHEACIF TCRERGHERNNIVCDSGRBRENEL, SFPHE
BTHb. |

POA BB EFROFHFE—LZEH L, TRHRIHEREEOR, RGH 1078
DRI HE I AR v HEFHETEILICL Y, ABPOREXEALGEEI T
BHETHY, oAHETRAFNESESE B, N, Si, Cd, 6d EZFCEAHEELHFR
HARMRTELZELIEESED, 361 PCA B, PHEFHERGEL ~THEINK
BEFE,roORBEy BEZRETIHFETHL, RAUBINLTRTHY, THRFR
S TRERT AEEN, DERFHE, DUELESZURAHBREZRE LI, DEF
#, $OBATCHNIBELRACGCOITGTEELE S, JOLIUI LMD, JRR-3 D
BHARFE—LFTA FCHRBELULRRERE ” ZHEAL, PA KIBALNSNIT #HHO
8981 AL AIEORHTET -1,

2.1 & B _

EEA T3 JRR-3M ENSs v WAWEEAGERA Lic, JRR-SNRE r RAWMEBOBRPHTFE
A= (T1-4-1) KB ZEBERAR 1 7T, FBER, HHEE 0. 2m OHF
BEE —Lf— b (Tl-4-1) XGEHEE 0.5 o0 OB FHEFE— LA~ b (€2-3-2) T
ERTERTHY, BH VBN I /S5O FORBER-TVE, BEEOELHEE
£l KRT. REREATHFE—LL— FTEREToho BFHRFE—LR-}TO
REEEBIC B AHETER, L4x10% nren s THoToo AEBRLD y R RINVF
— 0~ 12 MV DY FN, AT Ty Ya P RUERT-D3E— FANT M
AZNZH 8192 F 4+ v RADOF—F— & LTABIMET 52 L0 TE B,

-1 -
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2.2 PEFHH

MEr BAURET->EANEZTOREHREE 2 IKRT, SHBE, @7 vdkzFL
A7 vlb7Tob L EHESHIE (FEP) 7404 (BEE 25 ) 1T 15 x 15 am O K& &I
BE L,

(1) FAREsERER

KRS10: . RARMGAN BRMBEAFEE, HE 99.99 % H& 1.8 ~ 2.0 ) %=
78.49 mg E U7z, 2°Si $EEId 92.23 atom %, °°Si I 3.1 aton % T& 5,

%0810, BRI - *°S10. BHE Rk ( ISOTEC 84, °*°Si BRHEE 96.5 aton % ) %
Si0, & LT 37.35 mg $EM L7z, 2°Si,%°Si ORMEAREAWU TS - fofcdh, & 2Tl
981 DBFE 96.5 atom ¥ #ELSIWLAELD 3.5 atom § A *Si O BEELTHEAL
72e

9810 BRA 1 : RARSi0. B 49.33 mg & °SiOBER MRS 22.87 ng #EAL,
49. 44 ng $EW U7z, *°SilEd 64.12 aton %, *°SiifEid 32.69 aton ¥ TH 3.

2810 IBE 2 7810 RE 1 & 22.76 mg & R4 Si0. H¥H 49.20 wg ZEA L,
42.91 ng BB U/, 2°SiEF(T 83.34 atom %, *°SiEF I 12.46 atom % TH 3,

(2) LB ERBE |

29810, b L—H— : *°Si0.EEERME | ng & 10 0l Ok 2 BEREEL, B
SBltk, HEE FEP 74 VA LICERER L,

OSi-lHEEE c XU MFA R (ZZFNVI) AR Ly MR (20 mné X 20 nn) B,
9810 PL—Y—BHUHHEYE 2 o0 B LA, PL—H—BHEODEREE
1l ~ 2ml QKT S5 ~ 10 B FHERL, WRKERAABLIE, A% FEP 7
4L BICHERER L,

POSi-A¥EE  PL—H—BWENIS 4 FHOYH KNS Si- B ERBICREL R,
(3) RNy a4 bEH

ZZIUVE B 0.30259%g ERARARS MLVARKHBRBELTRLy MK ( BEE 13
om) WEE UTHEIELK,

JETF & 0.16206g &0, 72X VIEEHER 13m OV y FRICER
LTHllZE L,

2.3 ERRAIK

FEP 74 M AKIEH L RESNENT w5 Lo MIE (PTFE) 8% (0.5 on) 28
L, PTPE #HEBFEHEAICEEL, Zha PTIFE &8 KiIctE v L, He & 1000 cc/nin
DM TH LILAS, 5,000 ~ 25000 s Ry WAL FAEBE Ui, 86h iR
THARY MUREA I-EG&GUy BER SO/ 5 M kDB ET -7, FRIRE

— 2 —
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DE#HIZ, Ti PEFERE=F— (Ti 0.05 nfE) OMRE r HEAXR7 FLBEIEZE 500 s 1T
W, 341 & 1381 keV o ¥ — 7 HHEODFHME 181. 3(CPS) A L TIT - 1o,

3. BRRUBHE

3.1 S i FMEOEF v HRHEIE

NSIDERGMH AN T LD, SiAMNFEEANORURET >, RARAMLEERK
8i0., °°Si0. BRIk, KRR AEHERE Si0: & °°Si0. BHRAMHE &0 BE&HY
(P°Si0RED 0a v Ly va VIR BARY PVER 2~4 KFRT, &R
R 7 FVERIZIE 'SE, 2081, 0081 OMIR r MO L -/ BERBS i, HE— W 2080,
SIS INTN B EEEET S0, TR FRES s — OB TRIBILLE
2551 Bf °°Si M HEFEE (2% °°Si cps/Si mg/Ti Av.cps) & Si EFHO **Si R
951 OB|E (aton %) EOMBEGEEE~k, HEEE 3 4 BUR 5~121KFT,
5,6,8,9 ¥ 3539, 1273, 2003,3661, 3954keV O P— 7%, *°Si MEHELSi RE
MirRBEVHEEBEEAESH, Thoot—21F %81 KEBRTAI EMERIN, K
T @ 2426keV OE—Z7 XDV TRE-J7EEMNNS S CORICEBHBBERERD S
NI oto. E10~12& b, 752, 2205, 2780, 3054keV E'— 27 d °°Si HFtEgE °°Si
BEMICREEESNELN, ChOoOE—2F *°Si KEETA - EAERSNL, &
72, 2%Si 1273, 2426, 3539keV & °°Si 752, 2780, 3054keV D E— 2D\ T, *°Si,
8T ¥ — 7 (P°Si cps/2°Si cps) &, 2°Si & °Si oEMAHOBEE Oy
PUir, BBRAER 13 ERS5RFT, E-7ERLERMEL OISR BVERBR
Boh, ZHOoOF—21EH 13 RUE OF—F 5 d 884 P SiERE y BE—2 T
H5EBERSNI,

3.2 SifAMNEEREDOKS

3.] HOEBTEONK: Si AMAEEANONMRB yBRARS ML, 81 & *°Si
EBOIHOBREBREER LU, v REEEOKRS 2581 1273, 3539keV, °°Si 752, 2
780, 3054 keV D ¥ — Z&, Ti FHRFRT_F—OFHBETHBMLL, ?°Si,°°81 ER
(mg) & ?%Si,%°Si DEEH%E (*%Si, °°Si cps/Ti Av. cps) EDBEFEETow b LI,
BRAE 14, 15 KT, FARBEAROLDDOF—F%2%£6 KT, *°S1,°°81 okt
EEEE 81,81 B oMK, RBOHFERBARIB LN,

2831, 281 OAREER, BHAEE (pg) *°Si X3 *°Si Hho *°81 i3 *°Si @
HHMEEPHETRE= 7 —OHBETHRBL L TRD R, HEEET IKRT, *°8i,°'Si

-3 -
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DAHREL *°Si, °°Si E& (ug) 07 oy FA2E 16, 1T T d, **8i KB T,
*°5i0: BFERMUGAOANBRENBOHXBOITREDMEELEENL SN, Zhid **Si0.
BERAAGES RO *°Si ORMEERSTYETH B8, *°Si Pa£2°81 LEE LS
BLEkIDEEDNDG, O o RARUBARK Si0., *°Si0./B41,°°Si0.E& 2
OFEEE 'S OSWEEEL Uiz, *°Si OSHEEL, 1273keV §8.89x107°, 3530keV
1.54x107° TH b, *°Si OHITEEE 752keV 4.44x107*, 2780keV 1.13x107%, 3054keV
1.23x107°% TH -1z,

3.3 *°S i mEAHoEE

PSIP VY -EROBT O, CSIHEEANOMRE r BARS M EEE L, &
Shic *Si-lEEFESO I T oLy v a VEIR RIS MLER 18 I2FT,
i, N7 7T FELT FEPT 4 VADMFE y BARS MVER 19 ZFRT, *°Si0.
PlL—H—, "Si- KB R, *Si-dMB0ThoREBicksTs 281, *°Si or g
ODE—JRERIhUEd o, O EDMSEHAB DAY P 2881 1273, 3539keV
B 781 752,2780, 3054keV v BE— /7 EBOHMBEOEERED 3 & (30) %¢
—7ORHEBAELT, *°Si & °°Si OBRHIER (ng) 2K, BohEEEE S
IZRT, 2°S1i OBMHIIBA 3539keV OENF HE L *°Si0. b L —+— (. llng, “‘Si—l
FLi 0.046 mg, °°Si-43L#k 0.079 ng THhoto, *'Si OBHMARIZTH2ke VO EHNE b B
< *°810: b L —4— 0.090 mg, *°Si-1¥E& 0.044 mg, *°Si-4d¥E#k 0.067 wg TH » /2.
IhoDHERLD, 1D 81 & *°8i oEEICI 3539(2°Si) RBUF T52(°°SidkeV v¥'— 4
PRBETHS, 2) SiHBERDILHPOERELTR, SOREREICAZ X HNEMN
HETHBIENHBE LK,

3.4 RV A PO

PGA KX YRV bFA b (725, JZETF) D > SiRMBEECTEDE
BEfT-oTo NV PFA MOV TPV g VIR BARS PALE E 20, 21
WA d . MOL 5 2°81,°°Si, °°Si B¢* H, B, Na, Mg, Al, Si, S, Cl, K,Ca, Ti, Mo,
Fe, Sm, Gd &8 15 RnROMRBr /KM ENL, EZEE—IOF—7EHEH»S 2°Si,
'S DEBEU 15 RROERET oo BHERR, B — 2 0R—25 4 VHEED
RERZO3E B0) 23— OREBREL TR ARORUBRE RS, BEEEI,
10 iZiRd, %81, °°S1 OER@EIZ, 7 =4V 350 (?%Si), 12.4 (®'Sidug/g, 7 = EF
F294(%°81), 10.4 (®°Si) mg/g Th oo, 7, WHEEBRRZ 7 =F AV 1.5 (?*S$i),
0.95 (*°Sidmg/g, 7 =F7FF 1.8 (?S1), 1.2 (°%81) ng/g Thot, RROEEME
HROSIEELEULER, o, 724 AVIED Mg, S 2B230% LA TO—FHE

_4_
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Bnt’.u
4. H & »n =

BB FE—LAEER LKL PGA KLY, AU THBS °Si OEBHEOWH ET -

TeER, UTOEENBE SN -7,

1) Si FEAEEERONE LLER, 2'Si 0% SO RTE 353%keV y BABLE
BETHD, 'Si0MR 7 L0 T TR T52keV IR OEBETH -7, 2°Si 3539KkeV,
303§ 75%keV @ AHFEREEE 1. 54x1077(2°S1), 4.44x107*(°°Si) TH o1,

2) SIS EBHEEE °Si, 08I BRBMEAAD o, 8 & TSI ORHBEREK
BiEEE, 9810, b L—+ — 58 0. 11¢3*Si). 0.090(°"Si) mg, ¥LECEB 0.079(?%Si),
0.067(%°Si) mg TH -7, _ o

) 2EEORY bFA MPO SIS OEBEEF o LR, *°SL S By AV
35002°Si), 12.4(°°Si) mg/g, 7 =E7F 294(*°Si), 10.4(°°Si) ng/g TH Y, HH
R = 4LV 1 5CPSi), 0.95(°°Si) mg/g, 7= ETFF 1.8(3'Si), 1.2(°°Si)
ng/g Thotio £i, 2HEORY bFA bHO 15 TRORRMLRE, Mg, S Mo %
BEHROME B —HHE SN,

REZHEMRE, TROEIEHLL

HEE BETRMEE | 321 EE
B 53 BEAERIHL L Y-ER EZTH
BRErEmnshtr sy — KR b 19 R

R, KZHEFEE, BAEARKSSBEHERDS BERE#HR, TARAOHBHITLY
Fbhbhi,. BUBRELEROFNIRBERNLIOTH -k, MRICE#ZT 5,

X [

1) C.Yonezawa, A.K.Haji ¥ood, W.Hoshi, Y.Ito, E.Tachikawa., Mucl.Instrum.Method,
A329, 207(1993).

2) C.Yonezawa, Anal. Sci., 9, 185(1993).
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#F1 JRR-3M ROSE v R AOTEE O LA

wHHEF #bhE T
(C2-3-2) (T1-4-1)
hiFiE
i FEMm en? s7h) I.4x10°® 2.4x107
FiE F TR F — (neV) 3.0€0.520m) 15¢0. 23nm)
E'— A4 4 Z(nm) 20x 20 20x20
AR -4 2SR AR (em) 29.5 24.5

THARS bot—5—
BHE GeWrHE nE! HPGe, FWHM 1. 70keV. FAfHEiEshaE 23. 8%
BGO# S I BGO (&~ 17lomé x 206mn, 20~ 3%mmE)
$r771-BGO (& ~T#E: 60. 3unéd X 60mm)

E St {1~ EG&G 7800, 8192ch ADC 45
flEe—F YUBT N, A7 R Ve Ay, AT
8 5f 35 BH s He

2 R RO HE R

ET A = 4 A& (ng) HIEEFR] (s)
B r 4 42 HE 3k :

RS0 78. 49 5000

30810, i & ) fir ik 37.35 10000

08i0RA 1 49. 44 5000

2080 RE 2 42.91 5000
L EER Bt

39510, M-t-EK  FEP74Wh i HEREH 5000

3081 - |41k ik a ” 25000

308§ - 49k ik Bk ” 10000
A hFa REE :

V= I 302. 59 10000

o EFF 162. 96 10000
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#3 [l REEAEARH 2280781 O#K
K #5810 P98i0:iB &2 *°Si0iRA1  *°Si0.RERE

Si0.E & (mg) 78. 49 42.91 49. 44 37.35

SiE # (ng) 36. 69 20. 06 23.11 17. 46
PeSie FE (atom %) 92.23 83. 347 64. 127 3.57
*iSiE =& (mg) 33. 84 16.72 14. 82 0.6111
P9Sii B (atom %) 3.1 12. 46 32. 69 96.5
'SiE & (mg) 1. 137 2. 499 1.5565 16. 85

¥ *Si0. BRI kR S BE%S 3.5 atom ¥ & UTHHE L,

E£4 FAEEEFABO S, 7S] A v Al ERS B
E. 28, 390G L EEfEE (25 %9Si cps/Si mg/Ti Av. cps)
[A] fir {4 keV F RS0, 3051042  Y'Si0.R4 1 30810 BRI
2855 1273 7.81x10°° 7.86x10°° 5.62x10°° 1.61x10°°
(0.519) (0. 286) (0. 236) (0. 00508)
2093 6.50x10°° 8. 07x10°° 4.40%10°% —
(0. 432 (0.221) {0.184) (=)
2426 8. T1x10°°¢ 9.81x10°° 7.16x10°° -
(0. 0579 (0.035T) (0. 0300) (=)
3539 1. 43%10°4 1.31x107¢ 9.55x10°° 2.79x10°°
(0.951) (0. 478 (0. 400) (0.00882)
3539 1. 48x10°4 1.37x10°1 1.01x10°¢ 2.66x10°°
(0.982) (0. 498) (0. 425) {0.00843)
3661 7.66%10°° 7.25x107° 5.54x10°° -
(0.0509) (0. 0264) (0.0232 (=)
3954 3.93x10°° 3.82x10°°® 2.99x10°° -
(0.0261) (0.0139> (0.0125) (=)
2083 752 1.41x10°%8 5.26x107° 1. 40x10°* 4.57x10"*
(0.0935) (0. 191 (0.587) (1. 45>
2205 - 2.60x10°° 1. 14x10"°® 2.89x10°°
(=) (0. 009486) (0. 0478) (0.0916)
2780 3.02x10°° 1.27x10°° 4.15x10°°% 1.22x107*
(0.0201) (0.0463) (0.174) (0. 386)
3054 4.38x10°° I.39x10°° 3.86x107° 1.18x10°¢
(0.0291> (0. 0507 (0.162) (0.373)

O RARE—7mEH (cps)

Ti Av. cps

= 181.3
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%£5 RMIABEERBDD 2°Si,°°8i P stk

°81/%%8i B — 7 EHELE

E, keV RS0 *°5i0./R 42 °8i0:/R 41 30810 ALmi
752/1273 0. 180 0. 669 2. 49 285
752/2426 1.61 5. 36 19. 6 -
752/3539 0. 0982 0.401 1.47 164
2780/1273 0.0387 0.162 0.739 76. 0
278073539 0.0211 0.0970 0. 435 43.8
3054/1273 0. 0561 0. 177 0.687 73.4
3054/353% 0. 0306 0. 106 0.404 42.3
*°8i/%°81 Rt 0. 0336 0.149" 0.510% 27.6

¥ 'Si0. BMmE A RO PS1 BEA 3.5 atom % & LTEHELA,

FO6 P81, S MERMERDILHOTF—F

B8 3OS FhEFEEE (** *°Si cps/Ti Av. cps)

MhE  E, (keV)  KASi0:  *°Si0.B 42 °°Si0.EA1  *°Si0.BEALE
z3gj 1273 2.86X10°%  1.58x107°  1.30x10°°  2.80x10°°
3539 5.25x107°  2.63x107°  2.21x10°°  4.86x10°°
305 752 5.15¢107%  1.06x10°°  3.24x10~°  7.97x10°3
2780 LIIx10™*  2.55x107*  9.60x107*  2.13x10°°
3054 1L6IX10™  2.79x10°*  8.92x107*  2.06x10"°

Ti Av. cps = 181.3
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E£7T ?°Si, *°Si OHITEKRE

28. 3007 SRR (2% °°Si cps/Ti Av. cps/*® *°Si mg)
Rk E .(keV) XKHASi0. 29510842 19510821 30810 BERME E OB

88 1273 8.46x107°%  9.43x107° 8.77x107°  (4.59x107%)  8.89x197°"
3539  1.55x107¢  1.58x107¢ 1.49x107*  (7.96x107°)  1.54x107*"

%581 752 4.53x107¢  4.22x107° 4.29x107* 4.73x1071 4.44x107"
2780  9.75x107°  1.02x107° I.27x107* 1. 26x107" 1. 13x107*
3054 1.41x107%  1.12x107° 1. 18x107* 1.22x107¢ I.23x107*

Ti Av. cps = 181.3 _
¥ FHRSi0., °°Si0RE2, *°Si0.E4]1 O¥FHE

#£8 HERSET P81, °'Si OBHIRA

B O R R '
Bk E. AFRRE* CUSith-#-FHE COSi-lmEEE SOSi-AdLEEE
ke¥ Cps mg cps ng cps ng

2831 1273  8.89x107°  0.00609 0.38 0.00272 0.17 0.00397 0.25
3539  1.54x107*  0.00300 0.1 0.00128 0.046 0.00221 0.079

998§ 752 4.44x10°*  0.00725  0.090  0.00353  0.044  0.00543  0.067
2780  1.13x107*  0.00262 0.13 0.00150 0.073 0.00263 0.13
3054 1.23x107¢  0.00472 0.21 0.00227 0.10 0.00393 0.18

Ti Av. cps = 181.3'
* 28, 3OSi CDS/TI AV. Cps/za. SOSi mg
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£9 Nrubr+A b 2881L,°%S OFERBEREUBRHUBR
ERERCHRAER (ng/g)
& i 4§ E. S AR 7 =V FJoETFF
keV ER{E WRUERE EEE KUERR
28gi 1273 8.89x10"° 351 3.6 246 4.8
3539 1.54x1074 349 1.5 292 1.8
Av. 350 294
%81 752 4. 44x107* 13.5 0.95 10.4 1.2
2780 1.13x10°1 10. 9 2.1 9. 78 2.7
3054 1.23x10°* 12. 8 1.8 11.0 2.2
Av. 12. 4 10. 4
Ti Av. cps = 181.3
k: 2% %°Si cps/Ti Av. cps/%% *°Si mg
210 RNVIMFA M POREOEERSEE
7=V 7= EF7F
T & ERHE _ﬂE(DﬁE* ﬁﬁﬁ fboE*
il (%) 0.474 ~ 0. 899 -
B (ppm) 25. 4 — 45. 7 -
Na (%) 2.35 1. 91 2.94 2.54
Mg (%) 2.92 1. 36 1. 83 1.95
Al (%) 8.00 7. 30 12.5 11.6
Si (%) 34.0 33.0 28. 4 28.7
S (% 0.530 0. 290 0.132 0.130
Cl (ppm) 64.0 - 353 300
K (% 0.335 0.274 0. 108 0. 0830
Ca (% 1.80 1. 64 0. 383 0. 364
Ti (% 0.128 0.120 0.0892 —
Mn {ppm) 826 170 45. 1 7.4
Fe (%) 1.56 1.52 1. 60 1. 45
Sm (ppm) 7. 80 - 6. 25 -
Gd (ppm) 7.50 - 5.61 ~
X : BIRRD{E



Material

s, LiF Tile
T T S0 ] SLiF Tile
84C or B4C — Rubber
b
Teflon
Concrete
LN Dewar
Beam Shulter BGO Detector
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