WERAELZMAUCREBR T OREFREOME (2 143R)

AL - KEEE (HRERERERERER)
(BAKE : BF8H %)
1 {IUHIZ |
RLAFORERAMALD, RERCLOMBEANRLLZEEZFBLT, KKE
TUOFHRMEBEORKRBEEZEET AWELHEL TWE, BERBUHIRTOAEILE
JOIBEHRMEORTRENORECMAT I, PEHRMREST A ED
BR3E R AL L BIE ED 5, %ﬁ%ﬁﬁﬁ(uT,Eﬁ)@ﬁﬁwT%baimé
Fﬁ@%&ﬁﬂ#sﬂA@mﬁ%ﬁofétm ZTid, ERTOMERE &L

KEED & DTRFBRER LM OFRKZE X D FMIHREET 570, HREBHET (U
T,%%)?Bﬁﬁmﬁmbt%m@Mi,aemw%ﬁ%m%m@m«w%%
IR T B0, HFBRO ILBMHIROEEBEKICOWTRBERAAELZRAEL
TRERETERET S, |
2 h O |
B TORK[ETYHOHEIUL, éﬂiﬁmeﬁ%ﬁw#ﬁ AT o T B
RELOIE LBHMEBOMIFOID, 1EX4RH> QA ~2H, 4~6H, 7~9
ABElU11~128)L, SHEAARREZBKEICECTES LRI ONT
WRE RALIR L RIE 217 - 1,
il T D B BALEEK OEREUL, bzu/§A7vwmﬁmE®65ﬂk&E?5
LDz,
BIRKIZFBE AN O LRMEICALE T 2 88
RAITRE L, BERSBER K URERALEL
3 HRLIEE |
3-1 KKBETHOFHHE R ALK |

AEHORAEMbEHT, 2HNTEREE1IERT, KRB TYOWE RALKEL
(S )k LUIEMEHRKKEDRAMEL (6°S nss) IFHTNHEFIZES
HEIEVEBERT, | |

EE (7 ~9R)IIFIERT U7 B S OWMBERMCDOFENWNSEL,
ZOMDOERMD & ** S DMK LU THEE (6 °4S =203 %), ARBREES X
Bl%)D2O0FEEZBET LI LICED, | FHMOREFREFSL4LHAEL
IHRER ISR AFEQRRBEICL DHFLEEIT 1989 £ 5 1997 F£OF

BTBBERBEL OIS, |
i, ARV CRABOFEICLD, EBREOTHILET U7 BAROME
BILMOBFENH 5 RELLBAICR, £RBOARBEHRFTSEE LR
AV UTEB TR BEREEb SN, T, 2BEGCHE L 10RO %
BULARBREOSSESIILTHER/ANTH LT 25 %, FEEEMEHEER/I/ICTHL
TaRYEErxhz (K2, ?
32 ABKOBER L& H |
T 1997 4F 5 B S 12 BRI U 72 B Bk BB OTRE R 2 £ 210R
To B3 ISET LI, ThoORBICRFRB/ AT 2EF 5SS (fs) b8
ERTOEHRARECHBELUTERCE (RS, 052AEMA L0EN
BB bHB, CNODS T SEIT s EHEFILEVEEERL, T fs=1.0T
20 %oFEEICINR T %, SRR LS 6! S nss DEHOR Y 2R XHFT
DR EEZZOND,
6% S nss=&%4S -20.3*fss
fss = (1-[nss-SO 4>~ J/[SO 4

> BEHRIO 1997 F 9 B 5 1]
Z2HRE LT,

l



S%S nss EIF—OHABERNT, EMTOBEAER ERABICKFICEVE
ERTBEEICH B, 72720, Na*Lt SO DNEREE 2%, 6 SHEDH
EAEHE 2T 02% 9B &, 6°'Snss DEMKEEL fss 2805 2% 5 E2BUCIE
TU, f£55=0.7 TiL 2%, fss=09 TE7%%E#A 5, Lich-T, N6 fssD
BWEEHZ DWW TIZ 6 ¥ S nss EOFMICEENLETH 5,

ZNSDERIZONTIE, 4%, BAkELALS UAKHOKARREOBZN
HRREIT 5,

3-3 B K O R ALK , .

WHKOREELEERAOAGETYOMBEELSOETEIICF LI, SO+ 8
BFRAKETYOFEMEIC B LT, /g il MyRbEFHoUNA O 3 MBI RN
BT, 2o 3MBNUBEICMHNE LisEL XU —HIVIEAREEBOXE
DINEWNWIT EDNFERDO—DEEZSNBD, FICHMBIIRERSOETIIH LT
BREREADVIEEIT/NHNEIWHBEEZ ONS,

HBK DFRE R AL LRI T 25 £ ORIEKIE +5 ~ +15 %0
DOHEEIZH B L XN, T, BE/KOWERAMAKLIZEBKOZH EMHBHENS S
CELMEINTNAEY, SHMBOS SIHEIZ 3.1~ 13.0%DFEEICH D, HE
D—RIE A HEEICIIH 505, BEROKRKETHOFEW M s s &,
T & RBIINE O KEBEATRT. COBERIIAETH B0, ESRITEROBE
B MER LURERMEEOENZBRAT S Eickd, MBKEIZHT 50
EOHEBITHOWNTAHERET S,

3 BR

1) RAEER, F9EES 1 EELKEEFEMIRFF L4~ RFAHRRERE
(1997).

2) J. O. Nriagu, Stable Isotopes. SCOPE 43, pp.198-211, Wiley, New York(1991).

Table 2 Concentration of dissolyed components and & °* S values of sulfate in the
precipitation collected by daily basis sampling at Niigata

No. Sampling Period  Reinfall p H S04~ NO3- Na+ Ca+tnss-S0{ nss-Ca F 034S 0 J45nss
mm mg/l  mg/1 mg/1 mg/1 mg/1 /1 pg/l  permil permil
T 977576 97/6/1 2.9 498 27.63 1I.51 2.76 427 26.94 4, 121 3.3 2.9
2 97/5/8 97/6/9 63. 6 516 0.43 0.23 0.55 0.05 0.29 0.03 1.4 9.6 4.6
3 97/6/16 97/5/16 18.3 4,78 0.92 0.56 0.02 0.05 0.91 0. 05 4.4 2.6 2.5
4 97/5/20 97/5/21 30.3 4,63 .12 0.82 0.34 0.10 1.03 0.09 4.9 4.3 3.0
5 97/7/8 97/7/9 15.8 4.53 1.19  1.49 0.71 0.18 1.0t - 0.15 10.6 4.3 1.5
6 97/7/16 97/1/17 62. 6 4.94 0.76 0.46 0.48 0.10 0. 64 0. 08 6.1 56 2.8
7 91/8/7 97/8/8 35.6 4.93 0.70 0.42 0.12 0.09 0, 67 0.09 4.1 4.1 3.4
8 97/9/3 97/9/4 17.5 4. 65 1.44 1.14 0.46 0.16 1.33 0.14 8.1 2.9 1.4
9 97/10/30 97/10/31 17.8 4,30 4,67 1.62 9. 06 0.54 2.40 0.20 9.9 12.2 4.5
10 97/11/12 97/11/13  25.3 4,24 2.88 1.38 0. 54 0.18 2.74 0.156 8.0 4.7 3.9
11 97/11/17 97/11/18 26.1 4,82 3.96 071 11. 26 0. 68 1.13 0.25 4.3 16.3 6.3
12 97/11/18 97/11/19 13.4 4.63 5.24 035 1507 0.73 1. 46 0.16 4.6 16.0 4.8
13 97/12/1  97/12/2 32.8 5.09 1.44 0.23 3.28 0.29 0.62 0.16 3.0 13.7 4.9
14 97/12/2  97/12/3 38.0 5.20 4.67 010 17.97 0.76 0.16 0.07 6.0 19.3 -9.0
15 97/12/8  97/12/9 12.6 4.38 2.41 1,46 3.59 0.28 1.81 0.15 5.4 8.9 2.1
16 97/12/11 97/12/12 14.9 4,58 4.91 0.80 16.05 0.74 0, 88 0.13 10.0 17.4 4.2
17 97/12/15- 97/12/16 23.3 4,33 377  0.97 4. 86 0,37 2.55 0. 19 11.7 10.6 6. 0
Table 3 Concentration of dissolved cgmgonen_tg and & °*S values of sulfate
in lake water and atmospheric deposition at Nagaoka
Sample Sampling pH EC  S042- NO3- Cl- Na+ K+ Ca2+ Mg2+ NH4+ & 34S5 634Snss
date or period 1S/em  mg/l mg/l mg/l wg/l mg/l wmg/l mg/l mg/l %o %o
Shiroike lake water 97/09/04 6. 04 56 0.50 <0.01 0.52 0.39 0.03 0.20 0.07 001 5.1
Oike lake water 97/10/24 6.23 159 0.47 <0.013.14 1.87 0.14 037 0.26 003 13.0
Shimoike Jake water 97/10/24 6.74 25,7 1.28 0.61 4.25 2.31 0.31 0.65 0.38 -0.02 11.2
Kouminoike lake water 97/11/6 7.04 65.8 3.97 0.34 6.90 556 1.24 2.97 1.48 0.3¢4 3.1
Amidajiike lake water 97/11/6 6.83 60.0 4.33 0.21 10.08 6.44 0.71 1.53 1.36 0.08 6.4
Nagaoka 86/04/01 4,73 40.5 3.44 1.26 6.56 3.65 0.22 0.50 0.52 0.68 (6.7) (2.6)

atmospheric deposition 1097/09/30
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Table 1 Concentration of dissolved components, sulfate deposition and © 1 S values
of sulfate in atmospheric deposition at Nagaoka

Rainfall pH S042- NO3- Cl- Nat  nssS042-S5042- nssS042- d34S  d34Snss

Sumpling period  mm mg/l  mg/l  mg/l mg/l mg/ ng/m 2/d mg/m 2/d permil permil
.18 3.62 23.40 19. 10 7.4 .

1 B6/04/01 87/04/01 1929 4.71 4.42 0.96 6.91 3 4.5
2 87/04/01 87/12/01 743 65.08 3.37 119 4,67 2.76 2.68 10. 30 8. 10 5.5 1.7
3 OFTAIZI0L RR/01/06 3i2 5,05 430 0%y 827 .05 .02 I d0 26.20 g7 2.8
4 48/01/06 88/02/03 343 5.35 4.52 0.81 12.00 6.82 2.81 55.40 34.30 10.5 4.5
5 §8/02/03 88/03/01 212 5.45 4.45 1.01 9.12 4.37 3.36 34.90 26.30 8.7 4.9
6 88/03/01 88/04/01 178 5.38 526 1.38 6.61 3.32 4.43 30. 20 25.40 6.0 3.3
7 88/04/01 88/06/01 188 4.83 3.81 1.88 1.87 L3l 3.48 11.70 10. 70 37 2.1
8 88/06/01 88/08/01 424 4.61 215 0.74 0.27 0.22 2.09 14.90 14. 60 2.5 2.0
9 88/08/01 88/09/16 193 4.97 2.00 0.80 0.42 0.29 1.93 8.39 8.08 0.9 0.2
10 #8/09/16 88/10/01 76 4.55 2.43 1.08 0.68 0. 47 2.31 12.30 11.70

11 88/10/01 88/12/01 623 4.67 3.57 0.72 7.87 4.59 2.42 36. 50 24.70 8.9 3.4
12 88/12/01 88/12/28 262 4.27 5.61 0.92 14.70 7.81 3.65 54. 40 35.30 10.7 5.5
13 88/12/28 89/03/01 204 4.53 555 1.56 10.50 5.48 4.17 18.00 13. 50 7.2 2.9
14 89/03/01 89/04/01 68 5.16 7.18 2.62 7.71 4.18 6. 13 15. 80 13.40

15 8Y/04/01 89/07/01 303 5.25 298 1.51 127 0.8] 2.78 9.92 9.24 2.5 1.2
16 89/07/01 89/10/02 536 4.93 1.69 0.8 0.62 0.36 1.60 9.74 9.22 1.4 0.3
17 89/10/02 89/11/01 161 4.67 2.58 0.72 4.12 2.22 2.02 13.90 10. 80

18 8Y/11/01 89/12/28 504 4.97 4.84 1.81 11.60 6.57 3.19 42.80 28. 20 8.7 2.7
19 89/12/28 90/02/27 568 4.73 3.59 0.59 8.72 4.95 2.35 33.40 21. 80 9.3 3.4
20 90/02/27 90/03/21 116 5.10 6865 1.72 803 4.60 4.50 19.90 15. 80

21 80/03/31 90/07/02 301 528 311 130 2.33 1580 2.73 10. 10 8.84 3.6 1.3
22 90/07/02 90/10/01 274 4.72 2.40 094 172 107 2.13 7.23 6. 41 3.5 1.4
23 90/10/01 90/11/01 195 4.74 1.76 0.55 3.24 1.88 1.29 11.10 8.09

24 90/11/01 90/12/28 425 4.93 4.45 0.76 17.90 9.56 2.05 33. 20 15.20 12.2 2.6
25 90/12/28 91/02/27 680 4.73 3.69 0.67 10.50 6.16 2.14 41. 10 23.80 10.3 3.0
26 91/02/27 91/03/30 151 4.58 4.98 191 514 3.22 4.17 23.50 19.70

27 91/03/30 91/07/01 237 4.80 3.27 1.88 124 0.82 3. 06 8.33 7.81 2.8 1.6
28 £1/07/01 21/10/01 476 4.81 1.55 0.86 0.83 0.49 1.43 8. 02 7.38 2.0 0.4
29 91/10/01 91/11/01 97 4.88 2.48 0.84 2.76 1.47 2.1 7.76 6. 60

30 91/11/01 91/12/27 398 4.84 3.09 091 566 3.09 2.31 22.00 16. 40 7.2 2.8
31 91/12/27 92/02/24 492 4.45 4.66 1.36 11.50 6.22 3.10 38.90 25. 80 9.6 4.2
32 92/02/24 92/03/30 196 4.55 3.94 1.90 236 1.31 3.61 22.10 20. 20

33 92/03/30 92/06/29 358 4.5 2,99 1.61 137 0.90 2.76 11.80 10. 90 3.2 1.8
34 92/06/29 92/09/30 495 4.67 1.60 1.06 1.08 0.68 1.43 8.52 7.60 3.0 9
35 92/09/30 92/10/30 161 4.79 L79 0.64 4.08 2.35 1.20 9. 61 6. 43

36 92/10/30 92/12/25 566 4.59 3.92 1.03 12.42 7.55 2.02 39. 60 20.40 113 2.8
37 92/12/25 93/02/22 502 4.56 4.09 1.25 10.10 6.05 2.57 34.80 21. 80 9.2 2.6
38 93/02/22 93/03/30 194 4.51 4.48 3.79 9.97 5.59 3.08 23. 50 16. 10

39 93/03/30 93/06/30 441 4.81 248 1.73 1.35 0.81 2.28 11.90 16.90 3.4 1.9
40 93/06/30 93/09/29 605 4.87 1.00 0.75 0.42 0.28 0.93 6. 64 6. 17 1.4 0.0
41 93/09/29 93/10/29 198 4.48 6.40 4.06 6.61 4.10 5.37 42.30 35. 50

42 93/10/29 93/12/27 562 4.50 3.36 0.96 10.8% 6.27 1.79 32.00 17.00 10.9 2.6
43 93/12/27 94/01/24 252 4.60 4.02 1.14 9.23 b5.56 2.62 36. 20 23. 60 9.8 4.2
44 94/01/24 94/02/21 1564 4.71 5,25 1.47 17.46 9.89 2.77 28. 90 15.20 113 3.2
45 $4/02/21 94/03/28 187 4.46 5.69 2.02 12.98 7.15 3.90 30. 50 20. 80 9.5 4.5
46 94/03/28 94/04/27 22 4.87 7.87 5.56 6.39 4.50 6.74 5. 69 4.88 6.0 3.6
47 94/04/27 94/05/30 43 .5.37 587 4.55 3.95 2.92 5.14 7. 65 6. 68 4.8 2.6
48 94/05/30 94/06/13 0

49 94/086/13 94/06/27 54 6.31 3.3 252 1.60 0.8 3.15 12.90 12.10 2.2 1.0
50 94/06/27 94/07/13 83 4.61 3.40 1.63 0.61 0.43 3.29 17. 60 17. 00 2.8 2.2
51 94/07/13 94/08/31 16 5.31 3.03 3.47 104 0.59 2.88 1.01 0. 96

52 94/08/31 94/09/28 211 4.43 2.41 1.69 1.23 0.67 2.24 18. 20 16. 90 3.3 2.0
53 94/09/28 94/10/31 117 5.52 277 1.34 2.38 1.5 2.38 9.79 8.40

54 94/10/31 94/12/26 530 4.81 3.54 0.93 9.90 5.59 2.14 33. 52 20.24

55 94/12/26 95/01/11 180 4.68 3.43 0.86 89.90 b5.37 2.08 38.567 23.41

56 95/01/11 95/01/26 158 4.61 2.63 0.87 7.23 4.16 1.59 29.70 17.80 10.8 4.5
57 95/01/25 95/02/08

58 95/02/08 95/02/22 70 4.54 4.26 1.73 5.81 3.46 3.38 2127 16. 91 7 4.4
59 95/02/22 95/03/28 152 4.69 4.15 2.51 3.89 251 3.52 18. 59 15. 77

60 95/03/28 95/06/26 242 4.77 365 2.53 514 2.98 2.90 9.81 7.79 5.6 1.7
61 95/06/26 95/09/27 315 4.64 1.80 1.38 0.90 0.55 1. 66 6. 10 5.63 3.4 2.0
62 95/09/27 95/10/30 68 6.04 4.81 2.19 12.26 6.70 3.13 8.9 6. 45

63 95/10/30 95/12/27 519 4.79 411 1.24 12.75 7.07 2.34 36. 85 20.88 11.2 4.2
64 05/12/27 96/02/28 528 4.57 4.21 1.30 12.86 7.12 2.42 35.23 20.20 1.2 4.4
65 96/02/28 96/03/28 136 4.81 502 244 841 471 3.83 23.52 17. 96

66 96/03/28 96/06/24 270 4.79 3.96 3.00 4.93 2.95 3.22 12. 15 9.87 K 1.8
67 96/06/24 96/09/27 434 4.67 1.72 1.54 111 0.64 1. 56 7.85 7.11 2.2 0.3
68 ©6/09/27 96/10/28 138 4.67 2.89 1.43 625 304 2.12 12. 86 9.45

69 96/10/28 96/12/25 457 4.86 3.69 1.34 8.04 4.23 2.63 29. 08 20.69 ' 8.5 3.7
70 96/12/256 97/02/26 393 4.59 5.81 1.85 1673 8.45 3. 69 36. 24 23.00  10.4 4.7
71 97/02/26 97/03/27 104 4.68 557 3.97 6.52 3.65 4. 65 19. 98 16. 69

72 97/03/27 97/06/30 525 4.81 2.56 1.76 1.86 0.96 2.32 14. 15 12. 82 3.6 19
73 Y7/06/30 97/09/30 797 5.03 1.06 0.93 0.81 0.48 0.94 9.18 8. 14 2.9 0.7
74 97/09/30 97/10/30 282 4.85 2.33 0.96 6.91 3.88 1.42 22.47 13. 32

75 97/10/30 97/12/25 478 4.58  3.44 1.52 7.94 4.18 2.39 29. 32 20. 36 8.9 3.9
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Fig. 1 Contribution of various sulfur sources to atmospheric sulfate
deposition at Nagaoka. Assuming that coal combustion do not
contribute to the deposition during summer season.

%léV: Local anthropogenic-Biogenic-Volcanic activity, SS: Seasalt,

Coal combustion
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Fig. 2 Contribution of various sulfur sources to atmospheric sulfate
deposition at Nagaoka. Assuming that coal combustion
contribute to the deposition at summer season.

BV: Biogenic-Volcanic activity, SS: Seasalt, ;
LA: Local anthropogenic activity, CC: Coal combustion
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Fig.3 Relationship between sea-salt contri- Fig.4 Relationship between sea-salt contri-
bution and sulfur isotopic ratio in the | bution and sulfur isotopic ratio in
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