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Abstract: Basic numerical analysis on interactions between groundwaters and rocks concerned with
the geological repository of nuclear waste in Japan were conducted in order to understand the chemi-
cal evolution processes of groundwaters. The evolution processes of groundwaters in granite and
muddy sediment were examined, and the influence of heat to groundwaters was discussed. And cau-
tions in application of numerical simulation to water-rock interaction modeling were summarized.
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KIT O REHEREEE R O WGy x5 & § B4
fid e i I & MRS b 2 RAE 9 5t T K D KB i
FEHET 2 BN T, BARN LA /a0 eRICHE
T % AL I B AT IR A AT 5 72 FEBR TR S
Hb I D Na-HCOs BUK B & Hiff 75 i bk D Na-C1ZU K E D
EEGEFE & & MR S h, KENOROPE L BRGT &
N7z, 7z, WL EAERN RO K / 56 RI6
ROEF) VI ADOHEHIZ T 3 FE R I,

1.12C®IC

AL 2E 0 B AT 20, b ERFHE A28 (M ok, R
OB SRR, Kbz L) 1ISd i B b A ROD
MAEAZRITDIDFRELTALAMHAEIATE X
(Helgeson, 1969 ; Lichtner et al., 1996 ; Lasaga,
1998) . T4, MIEREIEOREDB A, & AMIEH)IZ
Ko THIFR T TN 5 HRPEP BREIG R OFM R T
WaLIZEHHE SRS, TSR 2 265 25
PERLFE I O Hth G AL 53 %0 CO» O iy v 5 1 0 53 BF U %
HOTFE L K-> T d, WAL FEEEMTICHw S
27 by 7RIS, HALER S O R G % R AT
T532—F, BN T — 2 X— 2 ((LPROERE
RO BOLHEE 2 E) , WmRRE) & Efr 53—,
FHRMERETRNT 23— F TR S, ABTER
FFEBEREIZ & o> THUD oG 20, =), Wk
KA, s pr oy, P16 am 0 UEE 70 35 JEE G 1) AL B 7>
B EMNE 5T D L ML A I B BT O B
KEEFED O L5 5 B~ O & LT, () AR
HARNOHAL iR EF O I K 2 B RS O HEE
(ii) M T ARAKE 2 R L 7= 5tk /a0 RIS E RO HEE

(i) PRARFEE) % & W8 U 72 S GR AL R 12 & 5 3l ARk
BOTEEEOHEE, (iv) BaHERTE % & bk 2E sk
DRV - WLE WS 7 E O LN B O T, &
EREIOND.

AT O G AL R D Ko g WL 5t 5L AE el o
B & HERTE MR oD 2D 12 K & e (B E 4>, 19955 5 H
2003) , il H ek CIE LA A 123 S SRR & T K oD
NEEDL2O, METHAHTARKELHEL T3
(WAE - EAK, 1992 fE 4K, 2004 ; WEFHERE £~
24—, 2007). BilAE, fEfdE IR T AKIE—#iz,
XEB TIERAGREIR D e P - P Tl % Ca - Na-
HCOsTUKE % , I TIXES 7 v A ) % T ITH % Na-
HCO:BIAKE A5 L (W - WK, 1992), HIZRIE T
13 Ca - Na-CIEUKE 2 23 2 aEEA b 5 (Fritz and
Frape,1987). Zhicxt U HERiA ko T K, ¥
AKHKDONa( - Mg)-CIRIAKRE # AL LT, RKEIR
A L 72Na-Cl - HCO: KB R #EL & 7z Na - Ca-C1H!
AK'E (Sakai and Matsubaya, 1974) , {ta¥EAKHEFKD
Na-CIBIARE L, TR KAKELEA L 7ZNa-Cl - HCO:
RKE (K&, 1995), 77U — v & 7HIRICIRfF 4 %
Na - Ca-Cl-SOJUKE L | ZhHhEEREIC X7z Na -
Ca-CIRUIKRE R4 & v 2542 & 7= Na-Cl - SOFIKE
(M#EA, 1991) , WK D Na - Ca-C1%! ~Na-HCO:s
HIK'E (Collins, 1975) B &, LhkAaKEE 2T 5.

ARWFFETIE, HAb B B g Ay 1k & B CHER S
HinJgk & HERECA M sk oD FEA R 20 MR AROKE # TR LTS 5
NEIDPREBT L L IC, THELFOBENABL
7= (e %K, 2005 ;2006).

2. IREEFRER
Fh, (a) KAKEAEREORIE, (b) WAL JEE

Lith A PR BR IR 22 55 (AIST, Geological Survey of Japan, Institute for Geo-Resources and Environment)
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HERORIG, (c) 2K L RKAKOESE, (d) ik 1R T AKEOYINIE.

TTOHM TFRKEAEMEDKID, IZDWTIT-72. Bl Table 1 Initial chemical compositions of groundwaters.
it 7 b IZiE D The Geochemist’'s Workbench River water’! Scawater
(Bethke, 1996) % i 7=, F2BaiZ, (a) - (b) - (d) T pH 6.8 7.9
EHUF AR kgicEH AR AR E D RD D, (0) TIIAEME Temp. (T) 25 25
A1 kglzRAE SRS DRML T &, UL log aler) - o

ST BAREE L= 35 % SRR & AT & A B LTl 72 log 100; (are) 2:2 42

AHL & B AR O VIS SR £ B L 252, St = " O
WSR2 BIRITIE T % & 5 15 A % L o ke is o
U GBLE, H2R). 7o, SRIZE% 7 — Mg (mgke) o 300
2N = ZAZHE D ARl (624FF) &g & Lizh, WH F* (mg/ke) 0.24 0.0020
FICZY TEVE B b 58k EIR S 7256 AP (mgkg) 0.0001 0.0020
1243, TN 2 ERS L CHE R 21T 5 7. Si0, (mg/kg) 19 6.0
Ccr (mgkg) 5.8 19050
21 RKEERBDRIE HCO; (mgkg) 15 158
AFOTNADFAKE Uk, 1971) & AERE O SO,” (mg/kg) 11 2650
S LMK (Aramaki et al., 1972) & A #IHIMEIC FH water type Ca-Neico,-50,-d Na (- Mg) CI
W7, EERRERASIXIIR L7, BT e Remarks, ' after Kobayashi (1971),
A DOWMETH O, AT <UE LR /A0 I * after Kitano (1995), and italic: assumed.

NI 5. RKWJIAKGHNE IS W ThHEE 2 X 7 4 4
M (&Ca/ v buarA b)) IZMAMLTED,

TR AL T & ZRBITIA Tt B LRI O PRI

UF A b ERE - HRA - AA S A4 K Table 2 Initial chemical compositions of rocks.

(BAMg-Na/ v btur A4 bEHFRFA )M Granite'  Sediment > Sediment

MEIS S L, SIS % L ETTIREN & (DI=85) (JMS-1) (for ion exchange)

TLUCHSEASILZORICERAE Y SI0 (W% 7355 53.74  porosity 0.4

BriL A L. 2 OB AR (pH TiO,  (wt.%) 023" 0.7"  CEC (meq/100g) 20
ALO;  (Wt.%) 14.20 1582  density (g/cm’) 25

6.8) ™ Ca - Na-HCO3 - SO - ClU» 5 7L 7

Ut (pH<9.2) ®Na-HCOsHIAN & 47 L 7=, :f} m’?” 936 ®547 sapaci o) L
RFIRCE CO2 S IE & DI C— 2 12 48 L il .
Thiof#, COMMER X DIECHIMBES o o 000 D2 Exchangecoefficient

: MgO  (wt.%) 0.55 2.87 Kina 7.9x107
% EpH (<10.7) BHIZ LS UNa-OHAUKTL 0 (o 1.84 213 Kew 2 2x10"
MK &, W12, CO % & D & < #IER Na,0 (Wt.%) 3.82 4.07 Kmgna 3.1x10"
EY 5 EpHD EABZHETHEHI S NS, Dbk KO  (wt%) 3.59 224 K 13x10°
2 S, fER RSB ICIKAT 3 % Na- P,Os  (wt.%) < 0.18 "
HCOsRIKE D1 T AKIZ CO DG RITIRTTF S LOI (Wt.%) - 10.40 7
20, WKW EELZLEDTHDLEFLD. HO0  (wt.%) - 6.79 *

cl (Wt.%) - 2.69 *
2.2 BRKEREHBRYHORE C(T)  (wt.%) - 1.69
WAMIR (L%, 1995) LREHERMmO( ST (wt%) - 1.32

2R (Terashima et al., 2002) & % #JHAE Fe,05(T) (wt.%) 2 6.90 "
CHIW, AL, HERIThORERI20.8 Remarks, ' after Aramaki et al. (1972), " after Terashima et al. (2002),
WHhIZZEE L 7. EERER A 52 KIZ R L 7. " not used in simulation, and "~ after Appelo (1994).
KBAKIZOIWIZ BT Z A2 24 MV (&
Na/ v buar A4 FEeHRFIA M) IZREAILTED, H FhIZH v, K'EiZNa(-Mg)-C1%» 5 CHs & ¥\ Ca-
BAERML O EAL T4 - A F=— - EPk Mg - KB 2MEIFH RO Na-CIRIANE BT L7z, A%
PEAEI L, ZFORICHRL - RO - 7 A N2 ERCHER T OREREZ L DD BICYIRET 5 LK
H L7, SO4/H:S & CO»/CH: DAL TCIZ TR I & 100 BiE CalRfE A Mgig & & Ca - Na-ClAIAN & 17
gfETHE L., ZhbDKIBOR, pHIZ6.9~7.5D L, ¥, P oREE+* K0 ZRICYIRET
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Fig. 1 Interaction of meteoric water with a granite (top: mineral
assemblages, bottom: groundwater chemistry).

% L CalRfZE A Mg s & 0 K\ Na-Cl- HCOs TN & %
T3 20T, HERYHOERY &R T KD Ca/Mg bt
IZKELS BT L S hz, B (1978) EASS
DOHERCE IR O M T ARKEDORE AN A BPEL |, HE
2km PR TIZ CallRE AN UK - Mg - SO«UE 239K
DT BHMEZED TH D, KFEBRTIIHER 2 S D i
FOHEENDEVRIZZD LS AEAEANED BN,
Stk , HERUA IR O M R RO BB 42 & D I
P2 72002, HEPRIHE S BiAK & FIROh R K O A
Yk AMALERITCIEMN 2B ET 201D 5.

2.3 ZETEBKERKDESR

A2 D DFETIZH T RO CLIREIZ —~ETHh > 72
2, ACRE RPN R RS O T ARMBIERE LT 53
4 (Fritz and Frape, 1987) X, WpRHERG % 2 1L A0
KA L T BHAITIE, KARARCH FADCl
WENZENT . 22T, AnBowK L JEHERY &
DRI THR U 7= 28K % KK THERY 5B %
Tor., FRTIAKREAZOHERKE L TELOEA 4
VEEHRRED CLREIRF A G L7z, HaoA4 A+ v %

Aalcedony albite | annite

~Na-nontronite calcite| Na-beidellite 4|

Equilibrated minerals (log cn?)

pyrite
4 i A AN e g ¢ g el
4 A B e ) [ e e e
=~ F Ck-__ Nat . > =
=
= + 2- + =
S 2 wmg ) /304/ K /
o [ : [ =<
o] BF N =
2 0F WJ CO,(aqy]
7]
o = o =
.g Si0,(aq) ’_\‘C?/
8.-2F Cop2 Fe?* ™~
g4 w— — T ———
i H*
T / HSO, H,S(a
.—-—-—‘_'_"_
-6 I ] - LS —— 1 | HS]
-2 -1 0 1 2 3 4

Sediment added (log grams)
2l AR EVEHERY OIS (X gitEoZ L, T
KB OZEAL).

Fig. 2 Interaction of seawater with muddy sediment (top: mineral
assemblages, bottom: groundwater chemistry).

AR EI30.75 eqll, 4 & VBIREREUL Appelo (1994)
ARAL 2. FEERAS R A SXIC/R L7z, Nak KiRE
FAEEMARERAKEDHEMEAOELALIFIEFRT T
Ho7=h, Cak MgilE 12 ClIRE 2 ¥ mmol/kg i 312
W TvhNEmR L, pHIZM K (8.6) /L7, Thb
WD KN & 2 DFED CLIRE & 3B E T 2 540D
AX VB ER LA VIBIRGEOME T L, KK
FIZDNWTEEIRRB DM A ZE A 5 L ffid B Bin 7z,
KIROM T ARKOKEIZZ D &5 HMIEHED 5150
EINSHBMIET AU EL D 5.

24 SETTOHTREREEEDORE

BB K B T AKROAREZEAOfE A A RS 5
7291, i F TR A O ARBE O K E B S & R
X7 (54X . i FAIZIR (a) BEA (RIS
KEIE A, 1991), (b) WJHA (CARHFH0iE  /Mk,
1971), (c) ¥k (AL¥F, 1995), (d) &ERMBEWHA (F
a2 RICEB T2 RAKOFYAKE ALY,
1964) , (e) MethyRfA (RIVFIGM - %, 2000) %,
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Fig. 3 Mixing of meteoric water with altered seawater under a

cation exchange

condition with a rock.

s DAL 2R IZ 13 Aramaki et al. (1972) # W,

BB 1325 ~300 CORBT— &Ml & L 7=,
BROBY TH -7z,

FEER A S
(a) AR D ARE 1255 PE D Na (-

Ca)-Cl-SOMTH 5722, Il k->T7n VP

D Na-ClHINE L 7=,

(B)WIAKDAKE L pH 6.8

®Ca - Na-HCOs - SO4 - CIIT B » 7278, RIRIZ k-
TNa-HCOs (- C1) A &% b L, pH (>8.0) IZ&EHR T

DIIGIE EMKL &5 72,

Na (-Mg) -C1H!T b

(¢) KD AKE 1 pH A 7.89 D
S 720, K2 X - THEE 100 C

LUF TlENa-Cl4 % % T Ca - Na-C1AIA | 3 150 °C LI
LTI Na-ClEIANEZ b L, pH(5.7~9.1) i3 TD

BOSE S < 75 5 7=,

(d) & HERBEFAEOKE ZpH M

5.70Na - Ca-HCOs - CITH - 7248, KIBlZk - T
Na(:Ca)-C1%~Na-Cl1(-HCO3) Bt Z{L L, pH(6.5
~8.6) IXERTORIMNEEML &7, (e) BT
DOAREZpHA2.390D Na - Ca- Mg-SO4 - CIHITH - 7=
2, BB & 5 T Na-Cl - SO & R CHRICIREEIZ B T
% Na-CIZINEZ{b L, pH(7.3~9.1) IZEETORIE
EFEMRL Bo7z, D LEORREIICT S &, HFAIE
i FCaEA L RIRT % & ik TEICH 24 Na-CIEUKE
ERLRTWEHEEINS. 72, 20 pHIEERL2D
HCHRE TORIMEE KD BMEE /R STHAAH 5 .

J.REDHEBDHYIC

WS T O IR 25 Pk / 540 RO O F2Eofs R id K
D&M FEHEND. (1) KAKRJEOH K
fEfda BT 5 &, RERE A IKOEGAIZIEEAD
ARMBIGT 7 H ) DO Na-OHEIKE 278§ 4, RIR
TR B E AP - 7L A ) PED Na-HCOs K
BAaRT. (2)WAREOM T ARISHER Y & KBS 5
&Y O 5 RIKAFE L C Na-C1% | Ca- Na-CI1%!
Na-Cl- HCOsMUIAK'E 273§ 4%, Kb o M pH IS IEIE ik
IR e h 3. (3)IRRENRL 2 FARIMRET S
Rk, S04+ v RMKIBIZE > TpHRK -
Ca Mg », iR A DA & 13 Rk 2 X84 /8T
WREVEAS H B, (4) BIRTOIERMA &EDKIBTIZH T
KGO Na-CIIKE 2 24 22 s D, pHIZ &
DER D CUEE A ENWNE EMMEICE X 40,

AWETIE, WTAKRPEOEEEZTTOE2E S
PEWRT S FEICETEES T A, R
DA FAKDAKE & K7D WA / 54 Kb T

initial after interaction
(a) Rain water 25°C @ =0  Na(-Ca)-CI-SO 4 Na-Cl
(CI=3.6 mg/kg)
. 15°C @
(b) River water e —————0 Ca*Na-HCO 3804Cl  Na-HCO3(-Cl)
(C1=5.8 mg/kg) 200°C @——==0
25°C o—0 Na*Mg-Cl Ca*Na-Cl
(c) Seawater 100°C O-=9 o
(CI=19000 mg’kg) 200°C Oe—® '
(d) Bicarbonate water : gg:g .'—""'0, o Na+Ca-HCO 3+Cl Na(+Ca)-Cl
(C1=2100 mgkg) 200°C O—30 Na-CI(-HCO 3)
. 66°C ‘ ,'0
() Aad wtex 100°C @ =0 Na:CaMg-CSO4  NaCl
(CI=600 mghkg)  200°C @ =0
| i | 1 1 1 | 1 | 1 | L | 1 |
0 2 4 6 8 10 12 14
pH
54 i B CORTEOH T K & AEf S O RL O,

Fig. 4

Trends of changes of groundwater chemistry through interactions with a granite at high temperatures.
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BE N3 T ARAKE L ORI AHEED 72D~ & T
ERAR AR OE (R A

b DIZ, RIEEFRE R PESE SCHk (Betheke, 1996 ;
T3, 1993 ; 1197, 2003) #Z2F 12, HIb0 Kof fig
WP EORBENE D FICBIEL 22, () Slilhr s i
W B KRR KO A I IEREIZ 3 X T B B
Nd 5. FEAKH RO FHAK TR/ 3 ORI pH -
Eh- # ZBEPZL L THhB RN 5 5. £7-,
H Al - Si - Fe/i 5 O Wi O I & A, Mt &t
O 36 FH R0 W HRE 2550 5 0 B Sl SRR D M 12k & <
MBS, (i) BENT — a4 N—21cBHchTn
% SIS TR T B B S, RIRRD S
DL < EEERMKTH D, BEIZBCTT -4 %
fERT 20 H 5. (iii) HR & § 5 KRR OHALE
WS I T A, Y-l 0 AL & Sl i 1 S % OF B 8
REFKRD EDHAADLETHEILL 726 Jnrlg
Kg20HENH 5.

AR AR, TR B BB O pE AR
AWEZERT N DR FEMZE DM TR & B 1L - FRERE -
EL-EDTHD., ZTISRMLTHEBEEERT S, 7z,
2O &S BHEMIEDOE S & 5 2 TT & o 72 £ 50
AW O KAELBIG, SCHIIEEICH T T & 5 72
K2x vy =70 v At OFHMN—BI, Ko
Tat CHELERE T & o 2B A2 O
B RIS, ELSBILPL LT ET.
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