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Studies on Diffusion of **7Cs in Cement Mortar

Shinichi TAKEBE, Kenji SHIMOOKA, Yuzuru KURAMOTO
and Yosniki WADACHI

Department of FEnvironmental Safety Research
Tokai Research Establishment
Japan Atomic Energy Research Institute

Tokai-mura, Naka-gun, Ibaraki-ken

{(Received November 21, 1989)

Penetration experiment of 137¢s into the impermeable cement mortar
which has been treated by the impermeable reagent (XYPEX reagent) was
carried out in order to advance the performance of engineered barrier
for Low Level Radiocactive Waste.

The result showed that the radioactive concentration at deeper
region in the impermeable cement mortar specimen was decreased about 1
order of magnitudeé below that in the untreated specimen. Diffusion
coefficient calculated from the radioactive concentration of '°’Cs in
the cement mortar specimen was 9,1 x 107° cmz/day for untreated cement
mortar specimen and 4.0 X 107° cm?/day for the impermeable cement
mortar specimen, respectively.

Treatment of cement mortar by the impermeable reagent was found to
be effective to reduce the value of appearent diffusion coefficient for

137cs in the cement mortar.
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Keywords: Diffusion, s, Impermeable Cement Mortar, Impermeable

Reagent, Diffusion Coefficient, Engineered Barrier, LLRW
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1. # 2

ThE TETFARBHD OB LB EREEY IREIACEETRE SR, BHOET K
AEHET IRy, B REEIORERSEL AL T b, 01D, KRz T, &
LSOV R o B GEHIBIEEY) ot ESED SNTHY, ThART TEY®
SAENHBESED SN TS Y,

BTE, FHEMOFHEN rFHc B 2 {E L N VEEEEER &P EERIc BT, HT
SIS B U7 FRRMELIT O L NV BEER AR E LTV ED, X, RBRE
FRRAELL FOAE U SOV BRI OMLST B W TR, AT Y0 T TH BEEM Yy - (B
{bik, BED BIUWSHESE (v 20— FEy b)) OFEELE X 2 BEHEE O UAn ke
OB ENTVE, Pl ths, ChooHHE L TROEAEHENS 2 YT ) -
b OEEALIC O WTEAREIT Y HENDH D,

2y 7Y = OSEL (RBEAKL) KoV TiE, BT AR ARENZE (PICE) offf, %
fRfIc & & ABRENRRExh, —MIEHcERtsTWE, JITHR, EROBTHEE
EAFI, WESAEE LTHRTE 3 XWETHIC & 2 FERLLEARY, REBAANCE
A v b EFRNERETHE 2 v 7 ) — P AAEKILLER (RO XYPEX B"') ZEA TS

CORBEMMEOEHE, 200G A H =X LTHHASNL, 1 2idT3 v 2 U — FATBOCa(OH).
Lokistt RS (AR Na:0 » aSi0y) & DORIGIE & 5 AEEEHR C-S—TFH) #
REORECLEZT Yy ) - FAROAEBRKNTHY, 9 1 23R TRV TEZALY VA
iR LAY (AR, MgSiFs) & ORIRIC X 2 (B CaF. M AR iEt: MgSiOs RiEH
DERKIC L ZARBERIETE 2, TS0 2 HORUNGLERNCHEITL, IhoHRORKEKICLE
MoTavy ) — b HEOERE, MsHED oh, 2v 7 ) - NEBESEELS N, 2o
R, 3v s ) - P EREKEENEOTH B, FERINORE, RIEKS S S h s
GBS, 3 v 2 ) — ORI (REAKIL) H#TT2 28 THL, UL, KBROKIG
DEEFEDA N =X L RERTHY, I RERNREEARTICE ED R,

AHTR, OLINT Yy ) — FARBKUREREH W A v b 'Y VORISR
HUADEREVIOAICT 500, BT AAUHTORFREN T Ay LTAEATLY,
%Vh%wﬁwmﬂLtﬁﬁmK%aWﬁﬁ&%ﬁi%m&”%EMLtﬁﬁiﬁ%ﬁoto
AR AR I TEA LR L, RERic s LT, EREEmcEES N s KEMr -2 & L
T, BA Y NEANYVOEED RGNS 5y — 2 ARE L, #EAC Finh ok
BHEKEIE A B S € TRAEFEBATL, #EED~Z2E L i EEORBRESNDP O &
* 1 XYPEXA

AXYPEXFL, ¥ w8y« 4y 2 AW Ik 0BRSS A RREMATTO LIERERIC LD Y7 )~
b REAAL GEEAL) QIEREITH B, AXYPEXHIR, 77 1) — FA® CalOH) £2FH LT, 24 ¥ b
A%®%mﬂﬁthx%ﬁ®%m%i&L,?W%ﬁﬂ?%:&mi@ Ty = REERELRL,

EOER, vy~ AREKET 260 THE B, X0, A LAERR, o2 - ET AL U
CHSTEEEARL, Trs ) - P ORAMEAAKECLTVWEYE, BhtRildsslvbn Ty b,
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21 AV PEILY IR

FEEICHER LA Y A AEBEERELIFO LS CBE Lz, £ A4 v LS LIS
Biode 2 v s (A7 v FRA V) BROTD CEERER) 2EHL, 24 ¥ b R 05,
KA P06 TREL (o v ORELEE L TRfFRoKyBERIKE Ok 2 4
RE04) TN T 20 % BREEVEEMEHD, REAE L2 mé X12cmh D75 A F v 7
BTPHC R LiAS, RORKGEBRREELE 0K 22 v P HIZIEE 04 ofREBITE D <O,
SHMOKRELEZT 70, £0%, BRERAL, HEELIEIDH 2 mm B TAREKIL
VS OBERAELZITY, | BRESF AT -~ R0 T, #EEE L o PRIZATKERD,
Tt % KA 21 FIRT » 720 2 OMIMhOBRYO 7 BiE, REH S 028Kk 0
AR o, BEAO LRI 3E 1 DOWATREBEEL, S5, 7 EMKEEEST-
Fro T DHARIHICARBERILALERIC & 0 EERERED TN E THEITL TV A L SRS TY
A0, 2o, HEEAKEEICBEL T -V IS oRELHRT 200, Ao FIRLY
Tem 24U L, 2ok, BERABHY S 4T (bem@ X10emh) &3 K2 TFHELH
Lem UL 4, WVITHI G, Hichiok7 5 v v L TEEREAER L o #lFE,
NENRLSEREL, 20RO 2ELRAEEESERICHL, RO 3YEIFIFES LU0
REMDME T 5 & & L,

Plbiz & 5 UTEEL 24t i, EREAE S ToM, FRICTKERERE 77 RABORE
TR Lok, MURMERFERAERICE L 7o, AR D o EREGE TOBLTHOA
i3 42 HEATh B, ERASEICFERELAELL S Y Fe sl v BIUABKELER OIS
RS & O S oL % Table 1i2Rd, £ F 5 v Fte A v b RTERBKIGLER
DOERS I Ca0, SO BLT AL, THY, RBEKLLERL XL 5 ¥ P2 v Mch~T
Ca0, ALO:HESLTF LS, MgO S 10 EE. F, ®X Y P EA Y LDORL
B RS L ORE KBRS A OEYMSE Table 2107 d,. AELDPALAL LI, &
BRI XD 2 v 2Ly VHEEOBRE CHTHERRME 3R X% &EmL, 1 v
7y bETIC K BKOBBES 13995 % OEMMSES NG, & Sl LR (hH{LEs
B oL T L 40 % O%E, BOURINEEORBHMRSEDONT VS, 0L I HHR
i, T2 — AT CalOH), &7kigtEERILAY EAER Na,0 + aSi0) &R
LB RIEEEIR (C-S—HR) &5 (77454 V%) Fofgkicksc8 (B ER)

¥ T~V
T =Y vt BOREKO—IEHEEF O A v RO - T BEICE - T BRI
OWFZEEHLT,
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21 X MEILYILERE

ERIHEH Ltk A v b EAMZVEEREFEEDTO L S CBIEL oo & X4 v b B Z LS
Buoide s v b (3 Fei v ) BLAUH @) 2#HL, 4 v R0,
kA FH06 TREL (B v OREEAEE L CTEHER QKOS EEIUGKE (K /E 4 v
M0 kN T 20 %6 ESWEREA), REFHEL>D5cméd X12emh @77 A F v 7
BRIVHCHE LiA%, ROVKDPEBRBRELLE Ok 22 ¥ P HEEEE 04 OREBISES O,
3HBOKFEE LT 2, 20k, BEEZENL, HEKLELDH 2 mm B TRAKIL
WUHH| QBB AT, 1 BREEEEIT - 7o R0 T, HEHRE YL v FRICATIKEIRD,
T Ak RERA 21 HETT - . T OB ORYIO T B, &k S ORBEKS D
EBEEP S, HEAo LR 3B 1 B0BeTKREBEL, 2510, T OEREEELTT-
Foo C DHARIHIC ARSI LALIRI & 0 ASREIES TN E THITL TV S EPHERRS N T
B0, =0k, HEALHCETL 7Y -0y 7S OREEERYT 509, #HElko EHED
Tem 2V L, 2501, REABHAY 7 45HE (bemg X10emh) KESI LD CTFHLLW
lem 2087 U 7o mUIRTEG, HiCBOKT 5 » v v 7 L TEBSEEERL o #ElEEd, £
nEASHEENEL, 20RO 2 HEKEEEEREERICHL, B 3P FgEs L ua
EHOMlEcdtT 2o L& L
Plbiz & d i UT8IfE L o ghiidid, ERGE Tofl, ERICTKER- 47 AROFE
BRICEE L, MOHERREESEER I U7, HEARED O EREKG E ToB4A RO &
Hi2 A2 AR TH 3, HEREEIECEELALEAL LS Y P2 v b BLUARBEKCLER (L3
SHEE 7S & O IC R O {2 E Table L iCme, £k 5 ¥ Fv A v RUABEKILES
DEFDE Ca0, SO BLTALD TH D, AFBR(LMBERE RNV 5 v P2 ¥y ok~ T
CaO, ALO; A¥ALIT EEL, MgO @i 0EREF V. £/, 24 Y FEVILORM
A B L OARK OB EEAOHEI ML Table 210md . FAEkLDHLLL LS, K
BB XD+ 2 v b Ty VRO RE CIRMEMRERRE @1 % HmL, 1 v
Ty VEVIC L BKOBBFESIH B % OEESRSNE, & o ESE (P LR
B oW THK740 % OFE, HOUVRINBROEROESEDONT VL, SO LI AR
3, 2 v ) — bNETO CalOH), KBHERLAY (BAMRE Na0 » aSi0) LR
& BARAMERHEE (C—S—HZF) iR (77474 M%) Zodgic k228 (RIE (D) 21

®*g ., FN—v s
TN — Uy s e, BOREKO—EEEHC 2 v METFORBICH - ChECE - T PR OR
DRFEAHEHH T,
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L FRUTEBARE Y ) A OKEERALES) GEAMER MgSiFy) & ORIEI & 2 Rt C
aF, B X UREE MgSIOs R (v 255419 OERICE S (MIEQIBK) &F
AbhE,
3Ca{OH), + Na;0 « 2510; + H:O — 3Ca0 » 25i0; * 3H.0+NaOH
2510, + 2Na0H — Na;0 « 2510, + H0 (1)
MgSiF; + 3Ca(OH):. — 3Cal, + Mg&i0: + 3H0 (2
FHbb, T0LS KGN BIUBIE Q) BEITL, X v ELF VNOREEIES £
AV R EY VNESEELLS N, TORER, AV FEAN LVOAERISEL EESNTN S,
ABARACIRT A ELIME T L 0P~ EHERE% Photo. 1, 2iRd,. BRIV SHL L DI,
ZA Y FPENLSNVOBESCRC-S-H X VoERAR SN2, iR L AHEREIESO
B, ThicH L TARBKMEI L D RS (77 294 1) OBRBRON, €24V E
Wy VRO AERALBETT L THA T & a5,

22 MEHEREREER

R ERICE R U AU Cs i3, E Radiochemical Centre#t L D HAR T A4 v F -
THeEBLTHALLLOTH S, ostkew (R ofLFk i HClL YO E(Y
(FCsCl) THh, #OrikFEEd 87C g (3.22TBq g) Thb, ERiLH T, TOFKEAE
EEKTHERL, 0.IN NaOH THIIL, MEHEEERN 1.3 x 107 pCi/ml (4.8 x10°Bg. ml)
CHEELLbOREMKRE LTERL

AT, SIEITEWEL /2 A v b EAS LEENKE Fig. 1 IRT BOTEREBRERSBHY 5
APICEE LB, RIS LT CsCL AKBHEE 100ml s Lic, A3 At LEEL
<100 HRESEETHE L, "Cs ZEEMAIIRB S B, EBREAM T HEM®ED pH & L U&EH A
F R, BEY YT VI EITOREL A, BIHEMEREERICE, RELAKRLBEO Y
A vy AEER D E EREESM-1B8LU0M-2) &ABEREAE LA v P ELS L
2 (MEEEE Xe—1H2UXe—2) #EHLI, £/, A Vv FELZ L, KEKCME
# (XYPEX 3)) &L UEEDOSEREAITE, hfh -ty FERINT -4, #HIEZE,
v A 'L HEENE, ARBEAKMER O AL A ERE B LU RERLIE Lo A v b E
LINHRFEE Ny 7 - THImm U TR LAZb0RFEH Lz, BlEBT 5V (BiE
mD/M GiEHEg) 120 & L, BAROEAOAER pH & 0.IN Ca(OH), KERIC D
pHI16 3% Ui, ZhlAic >0 Tid pH OFBRITHOFTMHR @ pll (W pll1.6) &b
HIGE L 72, "Cs OIREEHIE IZ Ge K v RHES (SEIKO BEG&G ## 7000 » ) —X) , A
F v OBEENIEIZ Ca¥, Na™, K oW Tidf 4 »EREY, Mg oo ik UV 488

ok B HEI DT 1,

e i2ESE L TC0s QEESMERY 2100, BEFBKTROMEELTHIBAHO T,
FHLOEE S mmE TR mmERR, FE O mmEEE 2 mmEE, EE 20mm LB 5 mm
HRE T L 12, PIEIC X 0 B ohiBRER D YCs IRERGEE, OWEHMZ110°CT
6 IGTHEAR L Aot 79 AT v 7R3 (8em¢ X demh) TR (g ~10g) WL, Th
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i2 50 ml @ INHC1 A<, Rl—0O®RAZROTTHIEL -,

3. EKBRERRUSHE

Rt O IF A A IRE S LU pH ORKFE LS Figs. 2 ~5 103, ME DAL ML LS
12, WENOES bEMEO pH b RIGHR 30 T2 pHIL6 2R L, WPlcEL 2. %177,
BHA A VIBETR, Ca™ TRAFKILE L B T AL D H 458 ppm &\ i 7 4
2, Mg BEOWIcEIICRLEOFREVELETR L, ¥5ICNa’ TREDHAES 10ppm
RiEDIREAER UEAERL, K TIRASERCAE I AR LEDO S PR ppm KWEZ R L
tre 7, HEHAPLIORA A vORIIIBR, RMEOBSTERER Ca” > K >Nat >
Mg™, RS LEDEA TR Ca’ >Na' >K 2> >Mg™ offRr RS i,

N THANR D O S BE OB LR, R EFig 6 BLU g TWKRT, &
fde h OB REEER i 100 BERE, WThOEE M 10~20% oRDER N, DR
EORL L HEANe THAGHICEBE L & hART A, ERETHR, EuEhbo
Y (kA v baoA FOMMIAT) 202 um A Y737« 05 —TRS[EBEL,
T4 =TTy TSN BEYE S ORNEERE SN, TO/E, LWIThOBRS & EH
WROHKEFERD 1,710,000 BEETH b, BEYE~O Cs OREREF NSO L5500 -
Ko LEDS-T, HMEDORHFIEBEORBLR, V0™ & LTHERERNORE, 5011
R~ EHEBL-bDEELI SN 5,

Fh, Ny FRICLDEBT AL VT TRE L LSEBME (€A v by, BEp,
BIRACAEER], AHBRACME LA ¥ P EAF L) OSBRI Table 3R L LS 0 dh
bl~14ml g OFHONSVHEER LA, Thid, 2 ¥ TV A SERMER~ELL
fr Ca(OH), o, "Cs DA v b ELIAMIHTIRENHEZEINSG I LILEDTH
Do COEBEWEAT A, L LA v BN GREEH XA WAL EEIC AL
L7zd®) o WTABICORREERES 2 &, #ihiko pHi26.2~66 2L, DEHRE
240~ 100ml g EARXGEAR LY, 20X, CalOH) ok 2@7 A VTR TOE £
Y EMYAD TCst ORAA F YIRFFDL L, HEERAEAOHRD RN B o TV
LH0DEEZ LN D,

iz, EBRBIcET 2 HAXRPOKMERENT 2 Fig 8 8L U Fig. 9 ernd, IhoHEL
sk D ICHREHEEE I, €4 v b T AR S X OABERLEE U R & & etk
FEH O BBCIRHBEEYIED L, B 10mm PP TRa vy s ) -+ HET-HRNICRAboNn 5
F =1 v FEAHENY RE S, BREBRUT (1 x 107 £Cl /g I OMEERL 2,
E o, HAKER BT 2BER, AEKMUEOESOENRLEOES X0 b 1 HHEL
BER LI, CORBERDSGERE, FiloX 2 I AFEKAEIC LY X 7 P EL S VAERDFE
BALHHEIT LA EIck B EFELOND, T, BE 0mm BT CE W T2BIC S
FEEEAE T LABRRRO I ICBEL SN S, HEAEREHCREOMA VB EEE L+

;4_
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250 ml @ INHC1 #f0A T, R—OHAIZIHEO T THIEL .

3. HEBERRUAE

ER oA 4 v BE B LU pH OBRELE Figs. 2 ~51CR"d, REOHLHE LD
12, WENROES L EK O pH & RIGHEH 30 HT@ 13 pHI16 2R L, PHioEL 2, £,
A A VIBER, Ca™ TRAGEKEME L 7G5 I TR O G B ppm & A 7R 4
2, Mgh i F oz @I ROUBD FAKOEER L, &6 Na THEDEA S 10ppm
AR EAER CEERL, K TRERABRIGLE Iz RO 5 HE ppm KWVE 2R L
foo 1, HEBEDLP OB A Vv OBLERR, RABORETIEMER Ca¥ > K >Na >>
Mg"', FRBEKCABOBE TR Ca¥ >Na' >K >>Mg™ otR B RS,

TR D DR IREIEE ORIB T LA <, EREFig. 6 B U Fig. TRd, #
fiigg T DHETREERRE 13 100 BEE®RE, LWIhoESLMN10~20% ol LBR o, COR
BEoORDLSarne THERADICEE L b X iR T ALY, EBRK TR, St o
BERYE (A v raod FRWMHIRT) £02 um AV T3 T7 407 —TlRGIEEL,
T4y =2 r Ty TS NREMEPORERERE AR, £0EE, wIholas b
WO R EER O 1,710,000 BETH O, BWEME~O YCs OBFRIEFH /NS W &b -
Fro LS =T, T ORMEBEORDIE, YCs & L THEERE~NORE, #2530
M~ LEEEL b D EEZ N D,

Fr, Ny FRICLDBT S VT CRIE LAZSERVE (€2 v ey, BHED, R
BAACILTER, RBEKLAHE L 2 v P EAS L) ONEEEE Table3 iR Li-LZ ViR
51 ~14mi/ g OEEADNS VHEER LI, Thid, 4 v FEF b SEMEED~EE L
7z CalOH): kb, “Cs @A ¥ bENIMIHT ARENHESNLILILLSLbDTH
L, COEBAWAT I, hEk bl A Y b ELY L (REEY 2 2IAAMEEIF k(b
Lzd®) oW TERIICOEERREAAE T2 &, #MEDO pH 1262 ~6.6 27x L, SBEGHE
40~ 100ml g EREHMEER LA, T0E351, CalOH)ickd@m7ah JHEFTOE £
VRN LAD 05T DREA A VRF DL, HERENBANOLESERENIEBI - TY
Hb0DEELSND,

Wiz, ERECBTIUAEDORMEBESHTE Fig. 8 8L U Fig. 9iknd.. oG
WL E D ICREHERIE R, €4 v b Ty VRS K UAF UL L 2otk & & i iEElE
EEA S IBICIEREMEEN RO L, FEI0mm I FTtRavy s I - P ET-HMIcRon s
7= v SHEATENT BRR S, BEBRLT (1 X107 2Cl/g BT oE%ERL k.
S e, ARSI ARER, AEMKMUMBOESOAPRAEOES L0 b 1 fiku
BERL e COREBDEIRE, RO k5 IKABRCREIZ LD £ 4 v b B Y ARERDFE
BALAHEIT LA T Eie k50 EELONRD, £/, BE 10mm BT iCB O TR %
FEESERN L ABERRIRO LI CEZ SN, HEAEREHCE O VBRI 2 EH L+
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2V D1 VD
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reagent and Tyoura sand.

Chemical composition of Portland cement, Impermeable

Chemical composition

Portland cement

{mpermeable

Toyoura sand

{wtu) reagent (wt¥%) {wt%)
Cao0Q 63.8 30.9 88.16
Si0z 22.1 20.3 0.17
Al z203 5.0 1.7 3.4
Fe20z: 3.0 4.3 ¢. 63
MgO 1.6 19.4 2.77
Na-:20 0.35 5.0 0.13
K20 0.54 0.15 D. L.
T1i0O:2 ¢ 30 0.18 0.76
S50 2.0 1.0 2. 14
Pz205s 0.11 0.20 -
MnO 0.13 0.06 --
TOTAL 98.93 83.19 98. 16
D. L. detection limit
Table 2 Physicochemical characteristics of cement mortar and

impermeable cement mortar.

Physicochemical Cement Impermeable Analytical
characteristics mortar cement mortar method
Specific gravity 1. 989 2.028 JIS-A-1202-1978
{(g/cm?)
Tri-axial compressive 300 344 JIS-A-1108
strength {(kg/cm?)
Water permeation 84 4 DIN-1048
distance {mm) Permeability test
(Input method ,
Contact time ;dday)
Corrosion ratio 0.210 0,117 Resistance to
acid attak test
(F%Hz504 solu.,
Contact time;100day)
Carbonated thickness 14. 4 8.4 (C02 gas conec. H%
“{mm) “Temp. 30°C ,
Contact time;100day)
Drying shrinkage 1.2x 103 1.0x 1p-3 JIS-A-1129

ratio

(Measurement of
length change |,
Contact time;100day)




JAERT-M 89-—211

Table 3 *37Cs distribution coefficients of solidified

product material.

Sotidified product 127Cg distribution coefficient
material. Kd { ml/g )

Cement mortal t ~ 4

Toyoura sand 7 ~ 8

Impermeable reagent 1 ~ 12

[mpermeahle cement mortal 2~ 14

Conditions ; Sample weight 5 (g) , Volume of solution : 108 (ml)
pH of solution 1 11.6 , Contact time 10 (day)
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Fig. 1 Apparatus for permeation experiment.
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contacted with cement mortar sample (M-2).

pH
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Fig. 2 Cation concentration and pH of the overlaying sclution
contacted with cement mortar sample (M-1).
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Fig. 3 Cation concentration and pH of the overlaying sclution
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Fig. 4 Cation concentration and pH of the overlaying solution
contacted with impermeable cement mortar sample (Xc-1).
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Fig. 5 Cation concentration and pH of the overlaying solution

contacted with impermeable cement mortar sample (Xc-2).
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Radioactive concentration (pCi/ml)

I

|
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o

Fig. 6 Radioactive concentration of overlaying soluticn contacted
with cement mortar sample (M-1 and M-2).

x10
—~ 1.8
E
S o, Xc-]
3_1.6— e Xc-2
=Y
g 1.2 E\\\\‘\s;.
S © > =0
g 1.0}
c T 1 L
0 50 100 150

Contact time (day)

Fig. 7 . Radioactive concentraticn of overlaying solution contacted
with impermeable cement mortar sample (Xc-1 and Xc-2),
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Photo. 1 Surface of cement mortar with electron
microscopy.

Photo. 2 Surface of impermeable cement mortar
with electron microscopy.




