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Pb & Cd I3 A RIRBEEFEDOFI G N2 & A5, RHHH
B EINHE T O RAEMOR#A HATOBIMMEIZZH S

HEEZONDD, HEEOMTRAE LTV IVANE
HLTWAEELD VAL 7V VKO BRIEHE

MTIE R,

FH SV, 2011~ 2009 4EIC BT 2T TORKLT
OOV OFRICIEAE 2 OfEICR B OB R & ik LT
[Pb]-[Cd] DA (r=0.88) 2B EL, [Pb]/[Cd] HAT
R TORZIGEM M D [Pb]/[Cd] A & il L7z,
LAaL, HESYIZX 5 E 2001 4 3 H ~2000 4 4 H 0
(AR CBWTHRBHMOFEFES - Kk G
JF) [Pbl-[Cd] TIZHHBAME (r=—0.025) SR2OH» 59, N
FEEROD MG (RUERIF) Tid r=0.773 D IEDAHBAERR S h
AEPNRETH -7z, HiEESYIE, [Pb]/[Cd] HATRSE
TIEFEH76£93THY 11 HEZBREBBLR 220U TT



96 BUNSEKI

HozDITHL, IETITFEH 272153 THY 4 H2H
10 HTIE30~60 TH o2& L. EFIZIE [Pb]/
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BT OILFR OB %2 5. BICH—EEIC &L 28Kk
EHEDLEE S E BT A2 LT, KATT7TE Y IVORD
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A7zl Lz, BRIEEE (EC) MEI2id HORIBA #
F- 71 # Laqua |2 8552 - 10 D # EC )V, HORIBA # ES-
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L7z, BEEPETIOGEE (GFAAS) I X BHIEICHE L T,
ABOA D & WG L 705l g iR fipN cE Bt %
Moz, BRMBOBEEMMOT—% Th 0 THEEO T
ZHVWTWEY, HIRMIIMERE L. #EICE 5 LEARD
e ATV A#GEOGHHEIE, WEREHMNT—H
T5Z L EERBCHERLZ BB Cdooos



A, R, BRI R BA, TR, S5 - 2008 44 2014 FITBI B BRI BINTHOBDKEREMOA I A, 8, IR+ ORISR 97
Table 1 Sampling date
Rime Snow
2014y. 2011-2009y. 2014y. 2012y. 2010y. 2008y.
Dec. 24/2013  Mar. 5/2011 Dec. 24/2018  Jan. 5/2012 Dec. 16/2009"  Jan. 18/2008
Dec. 28/2013  Mar. 8/2010" Dec. 28/2013  Jan. 26/2012 Dec. 20/2009'”  Jan. 21,/2008
Jan. 5/2014 Mar. 10/2010 Jan. 22/2014 Jan. 29/2012 Jan. 1/2010" Jan. 31,/2008

Jan. 22/2014

Mar

. 26/2010"

Feb. 16/2014

Feb. 3/2012
Feb. 9/2012
Feb. 19/2012
Feb. 29/2012

Feb. 7/2010""
Mar. 10/2010""
Mar. 26,/2010'"

Mar. 12/2012  2009y.

Dec. 8/2008
92011y. Dec. 27/2008
Dec. 27/2010  Jan. 1,/2009
Dec. 31/2010  Jan. 2/2009

Jan. 7/2011

Jan. 10/2009

Feb. 5/2008
Feb. 18/2008
Mar. 1/2008
Mar. 31/2008

Feb. 16/2014  Nov. 18/2009'  Feb. 21/2014
Feb. 21/2014 Mar. 21/2014
2013y. 2013y.
Dec. 31/2012 Dec. 24/212
Jan. 19/2013 Dec. 28/2012
Jan. 23/2013 Dec. 31/2012
Feb. 16/2013 Jan. 16/2013
Feb. 19/2013 Jan. 13/2013
Mar. 14/2013 Jan. 19/2013
Feb. 11/2013
2012y. Feb. 13/2013
Jan. 16/2012 Feb. 16/2016
Jan. 29/2012 Feb. 19/2013
Feb. 9/2012 Feb. 23/2013

Feb. 19/2012

Jan. 16/2011
Jan. 30/2011
Mar. 5/2011
Mar. 16/2011
Mar. 18/2011
Mar. 26/2011

Jan. 24,2009
Mar. 3/2009
Mar. 14/2009
Mar. 15/2009
Apr. 1/2009
Aprr. 2/2009

pg L, Pb0.03 ug L' THo 7.
Z 2T, GHHEANO BRI SUS304 4 v + O3B i
HTXBR/NS VW L I3HE T HEATH 5.

2-2 &G REMREE

PESY & [ B L 2 05 VR BRRRAT 1, AR T a s 5 A
CGER-METEX ® “t 5 ¥ = 7 bV —f#H (NIES-CGER
2013)" @ 3 WICH: 72 Wl & IV CREL 2™, 7% 2 b
ELTHARICTHMOERRE Y 7 b CERMLEL L 72, K&
THHWE I 1500 ~ 3000 m DJER Z BB 5 L ST
WBHZENS, ENTASI1Z 850 hPa T (B 1500 m) A%
HETH S s HFILTH BER 13994 m, E 133.5°, N
33.5°) OHEOFEE 1500 m, 2000 m, 3000 m % &I L
7o, BORBABEBRDO ) ZLOHBOHMMTH L L
7 S G EEHR I E O RT 6:00 (HAREH) & L
72, BEFIM & BEHRBURDI X 0 2FHT 9:00 (HAKER)
FHWALZ LD 5.

2:3 HoFUYT

P, B RINTHICHRE L-R) ZF L 8Ny MC
Lo WEE, TBKIISUS304 ATV L ARy b
(HE90 ecmXBE90 cm: 5em A v ¥ ) 12X o> TH L L EE
L721Eh ) OFEELRBIKE A XY M T EICHRRLE. B
ERRIE, RETF—2XR—IRHORKEL — 5V —R U7
AFAF =%, ROILIEHEIZ 14 km B 720 B 0
500 m i (FEE IR =P VEHLE - #2755 493 m, E 133.08°,
N 33.88°) OBFKHOBIET 4 7TH AT 7% & CTHERLZ.
BOKIZOWT, ®ICHEGEL2RE (o] Kok
) MHERRTE . By ROMEPME-DICTHR O HE

12X DBIOKDSEIRTE T § 5 720 B E 2o K ASER I fig
Thd. HiFL-HEHARARLZIRNL T, YoV
ZHEIZANTZD E, RIFRIROFNT A ARy 7 A THizk

L7z, Mg BEAEARNBT TR EZ2ERLTRS
—18C OHWHBITH LIRS L7z, £FOBITE, #Flx
X 2014 FEAZT L 1L 2013 4E 11 H FAI2 5 20144E3 HFE T
EEZRLTHW .

Table 1 121%, &HEOIH 2R L7z Dec. 24, 2013;
Jan. 22, 2014; Feb. 16, 2014; Feb.21, 2014; Dec. 31, 2012;
Feb. 16, 2013; Jan. 29, 2012; Feb. 19, 2012; Mar. 5, 2011 ®
AEHIBORBAE L RBEOREA XY M EBEFICH Y,
KEBENFORNTE 2, 58 % EOHSMO R A
o7V BRI TH B, BOKEBEZE ORI T 55
R R PR OB A RIS 2 A\ AR TH L. Dk,
HERBGRR & 23 L 72,

2.4 O—>3>

Fig. 11207 — 3 3 ¥ &m¥. SURHRIGH A m AR
BT DL RS 7 FROITETSH 5. DU L3 I
ZRBELTVAEY, By FISHEOILRS S S hz
MR W ETH 5. FEHBRILTES & J0VE H I
OFBN T TAFHEET 2.9 km &7 1150 m OB EED
SEHFEE 40 % O2FHTH Y, FHEISIH - 72 LARRD
HEL v, WEOWEF NIRRT, ISR -
TR < F CREE 700 m ~ 1500 m O S 72 (LR A%H -
TVd. [RRITT AT ADSLERHASEBR L2 L &,
I O ALFE IR > THIZ D 2> S HIE T O Hb_E a5k <
RN TH L Z LR TE L, I LRBET
5T U0 NORBENFRENDLDS, FOJD 7201
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Fig. 1 Locations of the sampling sites

Site: St. 1, Mt. Kajigamori; St. 2, Tokushima. Reference

site: R. 1, Yusuhara; R. 2, Banryuko; R. 3, Oki; R. 4,

Tangohantou; R. 5, Happohone; R. 6, Tokyo; R. 7, Amagasaki; R. 8, Osaka; R. 9, Higashihirosima; R. 10, Fukuoka

City; R. 11, Fukuejima; R. 12, Yahata; R. 13, Hachimantai;
AREA-B,; C: AREA-C; D: AREA-C of zone in ref. 16.

DOLT TV IVAIHE 7 FRINTENRB LIS v, B R ILTED
B b IV AR & L C DU I I o BAE o ik
VDY ED R e 12 9L & CEAREAE 34 km, 48 K OMLF T
EOFIRIPIEIET $ T50 km, EEDSIE T T76 km,
FRAZE DL BEARILIT £ T 90 km, JA BT ¥ T 140 km, KX
PR E T 190 km TH 5. £FFEHAHHBE (50 ~ 60 kmh™)
L7k &5 24 BRI CHE 7 ZRINTHICEECTEA BT ¥
T OEELH XL (470 km), Y7V (750 km), BT
IV ANy 27 (1000 km), HFEEEBT (1280 km),
EEAHT (1850 km), TENIVE Ui (1460 km), HER
i (1500 km) %525 5.

L3R5, BOK R ONEICE $ 2 MRS NER R T
—H T DAL, BTN, R OEE e &
BRI/ ERIRRL T O S A E 5 Lz AT T4
T v YDA E L THE S N7 AREA-A S,
Jb, HEHEEH I ; AREA—B EHEY, HTHE R ; AREA-C
T 7RG IS, B ; AREA - B, BB - sELA
I, KO Fe & FRICFEO I T RIR 7 O FE AR 5040 S
N7z AREA-D HARRL O % Fig. 1 IR L7z

R. 14, Tsushima. Reagion A: AREA-A; B: AREA-B; B.:

2:5 IBIEHE=-4YJF—4

BBAREOMENE= ) v 7R o, @mEhe L
THERM (BRI R 53 m, E 134°05', N 33°50', HE30 R.
2), B2l (BRI 90 m, E 133°11', N 36°17', R. 3), I
(EMIE 390 m, E 129°17', N 34°14', R. 14), G134 )5
(B 790 m, E 182°56', N 33°22', R. 1), AFRHR (B
PP 1850 m, E 137°47', N 36°41', R.5), IEF (5T
830 m, E 140°56', N 39°49', R13), L¥bisio#ini& LT
Jems (JREEIL 0 m, E 135°24', N 34°43', R.7), #Ruiffe L
THE (22 m, E 139°45', N 35°41', R.6), W& (5UHRHF
70 m, E 185°41', N 84°52', R.12) Z=®ERL, #r H&A#O
IEE O Z T 572, ENFhotbponsr—3a v
% Fig. 1 IR 7.

26 BIENFRHIE

BES'Y X WS, B RBOKIC & I B JE RS A
F ¥ [nss-SO,7] &, [Na']l 259 RCHEEMTH 5 E L
THRRI L Y k72,
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Fig. 2 Regional distribution of the emissions of Pb and Cd by coal buring and their ratio, Pb/Cd
(a) Pb in (kg-km™), (b) Cd in (kg-km™), (c) emission of SO, (t-km™), (d) emission ratio of Pb/Cd (kg-kg™), (e)

ratio of Pb/SO, in (kg-t"), (f) ratio of Cd/SO, (g-t™).

[nss-SO,*] = [SO, ] = ([SO,“1/[Na'l)w X [Na'] (1)

ZZT, ([SOs71/[Na']) = 0.2518 (A H D mgkg™ i
kchn".

27 AFNSUREBERIGEEL
AFonNT o2 R %) 1F, &2 12Xk,

Ry % ={(2Cqi-ZCy) / (ZCqi+ZCy)} X 100 (2)

ZIT, 2Cy (ueq L) & 2Cq (neq L)L, ZhZhEEA
FTUORYMBIEELRGA TV ORYBIBRETHS. R %
DFFEHPAIL, (ZCq+2ZCy) <50 peq L' D & & £30 %,
50~100 peq L' D& & +15 % KO >100 uS cm™ D & &
8% Thb.

BRI DR Ay & WEE Apess DI (R, %)
23X(3) 12X kY.

R? % = { (Acalc 'Amcas) / (Acalc + Amcas)} X100 (3)

Z 2T, BERE AT O EC OFMEE Awe (S em™) 13,
K@) LR

Acae=349.7 X 10° P +{80.0 [SO,7 ]+ 71.5 [NO; ]+ 76.3
[CI]+ 55.5 [F7]+ 73.5 [NH,']+ 50.1 [Na']+ 73.5
[K']+59.8 [Ca™]+ 53.3 [Mg™'1},/1000 (4)

FAF VB peq L AL TR L7, Ry % OFF% i PH
1, Anes<BUScm D& X £20%, 5~30uS cm™ D&
Ex13% HO°>30uScem™ DL & 9% Thb.

3 RREEH

3:1 Pb, Cd, SO, HiHiRR

Tian 5712 & o> THENZH T B HBREEC X % Pb & Cd
O O WAL M D 72 ) OEMPEHE (kgPb km™,
kgCd-km™), SO, O HIBHIFEPEHE (e km™), PEHIE L
Pb/Cd, Pb/SO, Cd/SO, %552k > THM SNz
3547 (AREA-A, -B, -By, -C, -D) & 3£ Fig. 2 (IR L7z
(Pb, Cd) =L E D BHEILE (3561, 11.4 1), HHA
(382¢, 1.96 v), EHEH (647 t, 6.87 v); TEIEILOIMILA
(1222 1,245 0), JdbETi (118 ¢ 2170, KT (136 ¢,
3.290), A (902t 24.1 1), {L#RAE (558, 11.20); i
M (5131, 11.38 o); ALHFEOLTEE (1157, 2891), W
i (7321, 4.07t) Tho7z. Fig. 2 (a) ®Pb T, I
PiE (7.4) >dbd (6.5) > ILHAE (5.7) >{L#HFE (5.4)
>HEYE (4.4) >HEE (3.0) >HEKE (2.0) >BREIE
(0.7) - W% (0.6) DIETH 7. Fig. 2 (b) ®Cd T
&, WA (0.19) > LKA (0.15) >dkE (0.13) > 1L
A (0.11) >4 (0.07) > EEH (0.06) > FHA
(0.01) > H¥ILA (0.00) - NE (0.00) DIETH 7.
Fig. 2 (d) O#EEIL Pb/Cd i, FHHRE (195) > NZE
(179) >E#E (94) >ALAE (50) >ILEFA (50) > H
A (45) > ILTEE (40) > 1A (87) TH DY, dbnie XK
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T, 528 41 THoo PEFERFEE QLEE, LHE
B, LA Et) 3 Cd BB E & i L
TNV EDDb9b.

SO, OEHEH R, ILHRPEOREILE 49 /¢, HHKA
38 Jit, EH 103 )5 ¢ HEFEILOMMILE 128 J7t, L
WOt RK#EW22 5, KA 16477, {L#FE 9407 t;
R 125 5t AL EOILTEE 126 75 ¢, W5 186 5
A 9375 t, #E 43475t ThH o7z, PEERRLINES
MHRICE K, P ETIERA R BALHERES 72 ) D SO,
PR (ckm™)id, IDEE (1) >{LERE (9.1) > LA
(8.0) >4 (7.5) >E&EA (7.0) > LA (6.8) >FHk
4 (2.2) >HBEILE (1) - WEH (11D Thote. HHE
D SO, 1Z M FEFE F TIZ 80 % DL 178 nss-SO> 122 # X
n, BEOD DR 60 %, HARENEIRED SO, 1% 20 % LA
TThY) T ADE TRFEENHRMT 5. 2512, Bk
MEIIEHRPHEEZICEDNIARENBL TH D01
ENEIRD SO, DIEEEALEISSHIH S L 5. B HILTHIC
B TEIK L O BES o T S L5 BN TE O nss-SO,™
DEEIEREP SRSV EEZZOENDL. KD Pb &
Cd DELFAD HIRBBETH 5. Fig. 2 (e) @ Pb/SO,
(kg e, EHEH (0.62) A THILE (0.95) - ILTH
% (0.92) EFHEME (1.0) 2MFFHELL, WA (0.55),
TLERA (0.59), WZT (0.54) IZEHEAITED 572, Fig.
2 () ®Cd/sO, (g-tHid, WHE (24), WAL (19),
A (15), L#RE (12) 3EEE (7), HHE 6) &
WL CTEi2 o 72, hEFEILEE A S Cd/SO, A
WCTH 5. FEICBWTEATITIIIERE D720 O f RIS
BN 2 7-012, BAKOCESICE TS [nss-SO,7]-
[Pb] % [nss-SO, 1-[Cd] & DB BLAT 2 MBI BRI R ©
X5.

3:2 BHKEBRBEOIXTEAS FES

2014 4F ~ 2011 FFAFORIK (E LMK : Bk —Ff) K&
O 2014 4 ~ 2008 FEAFEOHBEORI MO, 4+ 2 NT »
AR1% LBAIEHEENT VAR % #RKDT2. KBFFED
HPOEEA A V2 HVDLERDLDIAF 2 NT VA
R1 % 2% 25 % LA ER & ARzl d R L 7278,
R1 % 75%5 20 % DFREHIDOWTIZ, BEME LTHW .
R2 % AN 7ziE b 5. Table 212, TOMEE T LD
7z.

Bk & F2B W CREH IR O 3 i + K2R 72 SD,
/Ml ~ KA G, /Ml ~ KAl ; 5 ClEsss
B S DA IR E 7213 Pb 2D W TIN5 08 : P
W, BAME~RAME) 13, FhER, pH Tk 417+
0.40, 3.73~4.97; 4.66*0.36, 3.78~5.70 : EC (uScm™)
T I3 88.0+45.1, 8.25~158; 30.4*+18.6, 2.36~80.0:
[Na'] (mgL™) Tid 3.94+3.83, 0.03~12.79; 1.26*1.47,
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0.02~7.56 : [NOy] (mgL™) TI37.28+5.78, 0.51~
23.69; 2.37+1.89, 0.12~7.37: [SO,”] (mgL™) Tl 9.32
£4.05, 0.93~14.26;2.08=1.55, 0.12~7.51: [nss-SO,"]
(mgL™) TI& 8.32+3.66, 0.92~13.35; 1.76=1.38, 0.11
~7.13 TdH -7z Table 31213, WEEHE=2V YR
B A2ERECINRR, SHE, NEToILEoHRE
fE®D Dec. 2011 ~Mar. 2012 O DL DI, HEiHE
7, &K whEErorY. 22T BEELHVE.
e o FAER 1400 m OINTETH 5 Z & 2 b LR OFHHE
b [Na & a3 o BREEICE B IEICBY
LEZFY UV ITREDEITIRE L v,

WK O E AL 13 E IR T [CIT]/[Na™] = 1.797
THHH, @RI L T—REEEIT-728 & [CI]/
[Na']=1.504+0.040 (fff & = B HE 3% 2%, »°=0.9613) T
Hot. KATOWMBIZE>TR(B) Ik aEHET AL
WCEoT[C]/[Na'l MR T35 2 2o TWw 5.

NaCl + HNO; — NaNO, + HCl (5)

Bk 126h LT [CI']/[Na'] =1.568 £0.054 (r*=0.9861)
B OF 1k LT [CI]/[Na']=1.457%0.069 (r*=0.9015)
THDHDT, METAZ% [CI]/[Na'] fED 2 EITHEAK — (5
K- BELYIBK-FHTHhSICRZE. LA K
FoARhEE, BOKE D FICBTHE2ICH LS. 13
E CR SIS T Ol L TR L 728k & B3 038R
WC& ARy —ATIE, BRI LT [CI']/[Na'] =1.04
£0.08 (F*=0.9587) £ FZH LT [CI']/[Na']1=1.83+0.23
(r*=0.8227) D& (F >HPK) 1§, HEKHEVEETO
BOKIZBW TR T ARRA A 5722 & 2RT.

3:3 [NO;1/[nss-SO,"]

SO, & " NO, 1, K& H THAL & 1T nss-SO,” L T
NO; IZE# I NS, THHATIZKIERD SO, DEE D
WERENLD, B HINETIIAFTILHTHAAE L 72
RRICBOWTEEIMERTE 5. AARENTHEAE L SO,
DLEWRPEFNZ 20 % LT THEZ EHSHADIK
RCKRFEANTRET 5. HERIEO SO, DZH#HEEIL 80 %
PLE, s EREEO SO, DEHEEIZ 60 % RIETH 5.
W FINTHTEBI X N5 [nss-SO,>] DEEJRE LT3 -
MW - BN OB IR O B WALABRE O BREE & R IR IR
2 S0, MU, [NOy]ORFEELTIEIVY ¥, ALY
DR IRIR RS 2 RIS ONO, THDH EEZON 5.
[NO;1/[nss-SO, ] Hid, WEKFECOPMIROE % =
FAHEEbhTwA, HEEEL, JLRPE, JbhENCBT
% NO, & SO, D NO,/SO, HEhEOfEH7— 72 H 5 44
L7z Rt %, SO, % 21li e " NO, & NO, & LT ¥H:
B L7z B, S5 & HAREN (2012 48)®
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Table 3 Comparison of average, standard deviation, manimun and minum values between rime
and snow collected on the top of Mt. Kajigamori and monitoring data by Ministry of the

Environment Japan®”
2014-2012 winter 2014-2012 winter
Rime in Mt. Kajigamori Snow in Mt. Kajigamori

Average STD Max Min Average STD Max Min
pH 4.18 0.39 4.97 3.73 4.55 0.36 5.22 3.78
EC (uS cm™) 84 46.3 157.6 8.25 34.65 18.37 71.1 2.36
Na" (mg L™) 3.71 3.81 12.79 0.03 1.12 1.01 3.66 0.11
NH, (mg L") 2.12 1.03 3.42 0.26 0.79 0.68 2.72 0.14
K" (mg L™ 0.35 0.27 1.02 0.03 0.24 0.3 1.11 0.02
Mg™ (mg L™) 0.47 0.47 1.66 0.01 0.14 0.13 0.45 0.00
Ca™ (mg L) 1.14 0.98 3.79 0.07 0.364 0.35 1.10 0.00
CI' (mg L) 5.05 5.13 18.77 0.03 1.85 1.44 5.13 0.20
NO;™ (mg L) 6.85 5.75 23.69 0.51 2.99 1.95 7.37 0.72
SO," mg L") 8.82 4.39 14.26 0.93 2.561 2.08 7.51 0.28
nss-SO,” (mg L) 7.88 3.95 13.35 0.92 2.28 1.95 7.13 0.22
Ministry of the Environment Japan *”

2012 winter *” 2012 winter *”
Precipitation in Mountains Precipitation in whole Japan

Average STD Max Min Average STD Max Min
pH 2.97 4.21 12.46 0.21 5.45 9.40 44.28 0.03
EC (uS cm™) 0.52 0.56 2.26 0.21 0.37 0.30 2.26 0.06
Na" (mg L™) 0.14 0.14 0.42 0.02 0.23 0.35 1.72 0.01
NH, (mg L") 0.19 0.25 0.75 0.02 0.34 0.57 2.65 0.01
K" (mg L™ 0.20 0.19 0.75 0.05 0.24 0.23 1.09 0.02
Mg™ (mg L™) 5.57 7.85 23.32 0.01 9.73 16.72 79.17 0.07
Ca™ (mg L™ 1.66 1.30 5.65 0.82 1.35 0.93 5.65 0.24
CI' (mg L) 0.88 0.46 2.20 0.40 1.62 1.46 8.30 0.23
NO;™ (mg L) 1.20 0.73 3.16 0.41 0.98 0.57 3.16 0.23
SO, (mg L™ 2.97 4.21 12.46 0.21 5.45 9.40 44.28 0.03
nss-SO,” (mg L™) 0.52 0.56 2.26 0.21 0.37 0.30 2.26 0.06

1.21, #E (2011 4F)™ 1.67, WE (2013 4) ks - {7 D EEIELRDFHA L, BEIRFENTH ) 2D 55

b3t - KideF9 0.93, EHEE (0.65),

i (0.64), IHHE (070), {LEEAE (099), HWHFEEH
0.71), BwiTE (1.07) ThHY, LEEERoFHIZ0.80

THolz. WEOEEELZTHEI
R % 5.

Bﬁﬁmwﬁﬁﬁwwﬁm%—9u>7%@¢f*
%53 m) KOKEE (BRI 90 m), Xt
FH < 2R (5 HR
790 m) KON R (BRI 1850 m), #WHOEl (&

OUFTEH (AR

B (EI5E 390 m), 1 o

FHHE (1.02),

1Z [NO;31/[nss-SO,™ ]

e

RV — 55— DOBIED L AFHESR

WA S 7 & FESAN IR § 5 &A%

VL TR R~ B g

WTh5b. 2014

~ 92012 SELZED [NO; ]/ [nss-SO,] DY &= D FI I
P #%E (0.82) > #HH DN GRHEAF) -

=yl b o (0 78 ) -

5% : 0.66)
BRI - % B . 0.62) > M & Bk

(0.53) > T3 (R : 0.48) > ILE (B35 - NFRIR

0.44) TH o7z
IZH~X nss-SO,-

DEGHTS

B HUTETIRE X ) BKIZBWT NO,
o7z 2014 4E & 2013 4RI
Tl 0.46 5L, BE - AHRREFBETH 7.

ok

Ji0m), JNIE G 70 m) ROVHET (22 m) Z#A7Z.
2014, 2013, 2012 4EFE 12~3 H4ZF 0 H kA (mmol
m ™ month™)"” CHE LD
%, [NO51/[nss-SO,] Dfli% Table 4 I2F &7z, &l
LW B2 Y Y IRBICIERD X)) LIRS o 7.
AZOxHE (R, BEEM (BRIE), Bk (%*EL%)
BE (B, AHER (BREFR), EFE CAFR) |
EHNOKRKERME OB % Z 2w, i), Jel (,\
FEEL), B, NG GRLHtR) 3B E 2R3, B
(AR &, 25 TRBERITAT 20 & HARHED SR 7 HRANER
DA T LR D HEENE, NFRE, REIEIZHAR

YaE (meq m? month’l)

DI LG E TEBTOE=5 Y ¥ 7 HEOfET
H o725, MERETNIRRICIZER T O L HICHEL
EORART 0 & EmAL A LM I L 2. KB, &
IRER P OREND 5 % 6 1XF TOMIZNANE GUEb
HF) RHEEOMHEISEVIET TH 5 DEBITEBHOME L D
bANEhol, ZOZLhs, By RIUHETIIERDIRA
AT T D EINER TR O 5 <, HED & o RHiEER
EWEORBOREI Bk E B TR 572

3-4 Pb-Cd
[Pb]-[Cd] 71 v MIBWTREZIEDOHBEMEA B
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Table 4 The equivalent ratio [NO{]/[nss—SOff] of the monitoring station by Ministry of the

Environment Japan®” and Mt. Kajigamori

2014 winter 2013 winter 2012 winter
Site Altitude  Station Dec.2013-  Dec. 2012-  Dec. 2011-  Average
Mar.2014 Mar.2013 Mar.2012
Rural R.2 53m Banryuko 0.68 0.63 0.66 0.66
R.3 90m Oki 0.70 0.55 0.66 0.63
R.14 390m Tsushima 0.46 0.46 0.80 0.57
average 0.61 0.55 0.71 0.62
Mountain R.1 790m Yusuhara 0.42 0.42 0.48 0.44
R.6 1850m Happohone 0.47 0.38 0.51 0.45
average 0.44 0.40 0.49 0.44
Industrial R.7 Om Amagasaki 0.54 0.46 0.44 0.48
Urban R.12 70m  Kyoto Hachiman 0.70 0.56 0.62 0.62
R.6 22m Tokyo 0.67 0.67 0.76 0.70
average 0.68 0.60 0.68 0.66
Mt. K ajigamori sample Rime 0.76 0.44 0.47 0.53
1400m Snow 0.81 0.90 0.77 0.82

nE, Pb & CdIER—DRARTH L LEZONL. [F—
2RO nss-SO,” & O BAF R HBEEDO W HEMED D 5.

BE o FH T [Pb]/[Cd] DM EM & IS DR T 1Y
Ve BB EF MRS A0, /7 VT RCENICBITS
KA TNV R OWRMERAE %R ED [Pb]/[Cd] (mg/mg)
Fe# OBk 5 SEME LT Table 5 12 & @72, dbsg,
E#ER, WRSoBERAHH T 50 Uk, i)y, &
% EORWHHTIX 40 DL, BEILFH RS FilE, WILE
(Rl FHb R ki), mef (BKEIR), RIRE (A
B, Wil (BIEE) 20O THAREBEELTIZ 38~32, &
W GEED, PEER AL, BEdeEs, v v (EE) B
A, AL (BRIR), B (EEE) %TiEs30~206 Vv
Vo (E) FAOETFIIZ 14 P HWE IR TWS. KT
X, RARZ7 a0V Vol EIICE . [Pb]/[Cd]
L, HEIE R > HARKART > Ho5#61 = I i
DIETEL % 5. HHSYOF— 555 HAENO I 35
ORI 12 pm LT ORFI2B1F % [Pb]/[Cd] =#Y
12 THotz. Vv (#E) 24O [Pb]l/[Cd] =14 (T
Wy,

e r ZILTHIZ BV CRIBBERZEME OF 5 2 a3 5B
ERN O T, e, TIRNSLREEREETS
Ny 2759 FEDEPEETH L. HEKED S KA
DPEFEITTHA L2 WERAETIZBW TR » FINTEIZBWT
PRI 7230k H1 o> [Pb] & [Cd] AAWZED H BIHIS L 72
HAREMNEEFED Pb & Cd D r HFINTHTONy 7 75~
FOTHBEZ R BTT OV ORI 54T
BOWTELRPHA LZETRHRETCORK LT @V IV ok
WD UBFRREB L OBy HTHRAKED L LAE
&, WBREOWMTOREIRCEKEEZOND., 20D

w729 RE & LTk (Mar. 8, 2010), FioK (Mar.
10, 2010), M (Feb.11,2010) %% %', ZhZh ([Pb]

<0.08 ug L', [Cd] < 0.09 ug L), (<0.08 pug L™, < 0.005
ug L), (<0.03ug L™, <0.09ug L) TH Y, [FHEFR
AAHPORE LKL TEHTE2BAE W LD
. HED S OREHREMEOEEEZTIT VR T
N DB JT TR & o 720 o ARINTEIC B 2 RN
(July 2~5, 5~8, 22~ 24, 2015: [k 34, 51, 43 mm)"”
TlE, ThEh ([Pb]=5.0ng L™, [Cd]1<0.1 ng L), (2.7
ng L,<0.1ng L"), (1.3ng L, <0.1ng L") Tho7.
FEM % S RIEDIT 572012 1/10 IKHRE L THH
TS\ ARV IRIE TH - 72, MEOHRTH (T -
15 m, E 134°33', N 34°04') IZB\F % Sep. 23~ 25, 2014 D
RERY (FE7KH 4 mm) T Pb: 38.0 ng L™, Cd: 15.9 ng L
Thotz. Yk, BEXELTHE FINETHRRIS 1
PRI B OB T B O S B T B D AN S v 2 L8
bbb,

3-4:1 FBEWMEH @F EKLTOWRSIHET
B TIIBIRIEE L B AITIIFRETREZ 5 72580
Ba s S L 3meEmic L. MHEICHE LBk e
ZOHEDE Z R L 72O BV TRS MR ER
IZOWTEBMIIZIZFAEH T TOoORBEEZ LN, E
PEMERE S M2 KR 7 0V VO IZ DWW TR OS8R
FEAE & M BB D 2B S SO L 723 T 5. TWEID 1L
TR TIRAEEAR N 72D IR SRR & o THITHIK ISR
LB OREA XY P OERIIIERE, (RN E
BELTHREZ 5. BSHEE R BOKDRINT & 288 7 FRILTHO
PR RS EE D & /R 7 & DFE SO — YA W A
D EERTH ), BIKE BT ORI X B RS
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Table 5 Refernce value of [Pb]/[Cd] in various region in East Ajia

[Pb]/[Cd] in ug L Sampling site Conditions Ref.
63 Beijing, China Jan. 2013 23
63 Beijing, China Jan. 2002 24
62 Shenyang, China Industrial Area (62) 25
60 Beijing, China 2001-2006y. 26
56 Tokyo, Japan Winter 2004y. 27
55 Shenyang, China Road (55) 28
54 Shenyang, China Urban (54) 28
50 Fukuoka city, Japn Summer 29
47 Kakogawa, Hyogo, Japan Industrial/urban 2003-2004y. wet-deposition 30
40 Kashima, Ishikawa, Japan Remote 2003-2004y. wet-deposition 30
40 Fukuoka city, Japan Winter 31
40 Osaka, Japan 2001y. 32
38 Tangohantou Peninsula, Kyoto, Japan < 2.5 um, 2002y. spring 33
38 Fukuejima island, Nagasaki, Japn Winter 34
39 Fukuejima island, Nagasaki, Japn Winter 29
34 Tangohantou Peninsula, Kyoto, Japan > 2.5 um, 2002y. spring 33
34 East China Sea,North Taiwan East China Sea,2005-2007y. 34
34 Isshiki, Aichi, Japan Industrial/urban 2003-2004y. wet-deposition 30
32 Noshiro, Akita, Japan Remote 2003-2004y. wet-deposition 30
32 Kashima, Fukushima, Japan Remote 2003-2004y. wet-deposition 30
32 Higashihiroshima, HIroshima, Japan Remote 2003-2004y. wet-deposition 30
31 Busan, Korea 35
29 Bekkai, Hokkaido, Japan Backgroung of Japan 2003-2004y. wet-deposition 30
30 Matsuura, Magasaki, Japan Remote 2003-2004y. wet-deposition 30
30 Shenyang, China Rural area 28
28 Taiwan, north Taiwan Winter 1998-2001y. Dec.—Mar. NW monsoon 36
27 Matue city, Japan 1998-2000y. 37
26 Saga city, Janap Winter 2004-2005y. Dec.—Mar. 38
26 Korea, near Seoul Rural Spring 2006-2009y. wet-depostion 39
22 Hyogo Pref. Japan 2005-2011y. SPM 9
14 Korea, near Seoul Rural Winter 2006-2009y. wet-depostion 39

HWOMHIZHERTH 5. W& Fig. 4 12 F &7z, 24 WG E S A W IR By A

BkEEZFMARMCTEZr -2 3ROBY TH 5
Dec. 24, 2013 ; Jan. 22, 2014 ; Feb. 16, 2014 ; Feb. 21,
2014 ; Dec. 31, 2012 ; Feb. 16, 2013 ; Feb. 19, 2012 ; Jan.
29, 2012 ; Mar. 5, 2011. Fig. 8 (a) (2i&, [ HIRIGLEO
T [Pb]-[Cd] 7O v FE/RL7. SN TV S Dec.
24, 2014 & Feb. 19, 2012 % g\ 72 Jan. 22, 2014 ; Feb. 16,
2014 ; Feb. 21, 2014 ; Dec. 31, 2012 ; Feb. 16, 2013 ; Jan.
29, 2012 ; Mar. 5, 2011 DK & FIZHB T [Pb]/[Cd] =
35+ 1.9 D RIFRIEOM (©°=0.9665) A RWZS Nz

[ HERPGRECTIEPb & CADBEK &R D7 LDk
BFAFA—ThorEEZONEL. BAL"Y S, FHEE/AHH
INHEEEE (1580 m) OF LEKFOLEOMIEILE
BEOHMEASIZIZA L THL I 00, BERE—L%
ZTW5. Table 5 &ILIRT 2 &, LB (RBE), &L
B (RR), FHERE R, et (BkER) Lo
HAWM, BB OR Y Fif L To [Pb]/[Cd] HASZ D
HWHICH 5.

[Pb]= 5 pg L™ 222 [Cd] = 0.2 ug L™ DIRETH %R
B} Jan. 22, 2014 ; Feb. 16, 2013 ; Jan. 29, 2012 122\ T 18
IKDFEAEEE 1400 m 2 5 B ZOETHE K 3000 m D #
PAO T 1500 m, 2000 m, 3000 m % #E51C L7245k

FEBLZZEDPEL TS, BEERTT OO HE
BT A7V IVHTON (30) itv. BEEHMNIEI,
ABIZEFEIC X DA REBEBEOKIC L - TS0, HEHE D
BFICEL 2o TH 2", SIS OMEICBIT LA
K754 T v 2O SREBOGEHERET S &
ARFA-A & AREA-B DFE 7 o 72 HUBIIAE T 5.

3-4-2 4lF Fig. 3 (b) I3, Table 1 DAHAFIE
1% [Pb]-[Cd] 7B v F&ERL7. #IKTIE, line 1: [Pb]
=32.6:[Cd] —1.01 (+*=0.9008) & line 2: [Pb]=15.2"
[Cd]—0.874 (+*=0.9676) ORI D > 72, FTI,
COTODEYRERANEICIZE AL DB ET 572 MK
WM BEARERIET S, 500wk Ebdb. L
B OREV), et (BRHIRL), FHEPEE GUER), —f@
(BHR), ABkMoORY FiELo [Pb]/[Cd] (&, Bko
line 1 [Pb]/[Cd] =33 IZHE\V>. HKD line 2 [Pb]/[Cd] =
151 7 (E) ERFOMHEIZE. [Cd]= 0.1ug L @
- THIK Feb. 21, 2014 ; Mar. 14, 2013 ; Dec. 24, 2012 J%
' Jan. 22, 2014 ; Jan. 26, 2012 ; Jan. 30, 2011 ; Mar. 18,
2011 ; Mar. 31, 2008 (& [B1J& E# line 2 DLEEETH D, #F
TR AT S (AREA-B,) fiZz @7z ki T
WL 728K & EH S BYFER Z KD 5 & line 2 1, [Pb] =
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(a) same day sampling data
30
- 20
-
2
i)
& 10
0 & - - - -
0.0 0.2 0.4 0.6 0.8 1.0

[Cd] /pgLt
Fig. 3 Plots of [Pb] vs. [Cd ] of rime (&) and snow
©O) samples collected on Mt. Kajigamori

(a) data of the same day collection of rime and snow.
Si: Dec. 24, 2013; So: Feb. 19, 2012. (b) all data in
2014 y.~ 2008 y. Linel: [Pb] = 32.56 - [Cd] - 1.01(»* =
0.9008); line 2: [Pb] = 15.15- [Cd]-0.874 (r® =
0.9676).

15.2(£1.6) - [Cd]- 0.671 (»*=0.9355) X7 o7z 435"
DOHETORER OMIBEN AR T T4 T v ¥ 2 DR T
BICHELTCWLHELAEDLEDL L, BHEOREEIE 2
5N, [nss-SO] & DEEMZ KO CTHRT L7720
2, DFTRAF 285 Y ARl % ZMEt L723% (Table
2) 1T L CREMIC G 2 m & 7.

Fig. 5 (a) 13, Table 2 H1C 2014 ~ 2012 E4F D » %
INTEIZHKICBIT S [Pb]-[Cd] 7H > k%R L7 Dec.
24, 2013 & Feb. 19, 2012 # Fx X [Pb]/[Cd] =32+3.0 (+*=
0.9038) DIHRWHHBEENH -7, T2 T, Pb & CdIi[F—
DFEER ZFEOM R N E X b A, Fig. 5 (b) 1&
Table 2 #1C 2014 4 & 2013 EF BT % [Pb]/[Cd] =
£33 (+'=0.9173) OMOHIEMEYH -7z, FhTHIsA
IR —E #2655, Fig. 5 (c) &, Table 2 HT 2012
~ 92008 SEDFEIZHIT B [Pb]-[Cd] 7T v FTiE, 2014~
2013 £ CTOMYGEM OB EDH S, Fig. 5 (a), (b) |
BT, BEZIEOMMBRICS 25K, Fig. 5 (o) 126
W HERRTR L2 MR ER L2 H 2 FZR O T [Cd] >
0.1 ug L' K OB iM% Fig. 6 2 F &7z Fig. 6
@ KWBWTELKOBFRBFBRBIGHSITL o T
AREA-B' |40 S M7= 545 i b 305 % 3ol L7z,

KAGAKU Vol. 66 (2017)

{ﬁQMMmJ@“
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/ ~ - Russia
/' Helongjiang

"eb. 16. 2013

Pacific azea

e
=

Latitude / degree

e €] Tan. 29,2012
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£

120 130 140

Longitude / degree

Fig. 4 Back trajectories at 1500, 2000, 3000 m alt.
about the same day meteorological event of rime and
snow shown in Fig. 3

(a) Jan. 22, 2014 (6:00 JST);
JST); (c) Jan. 29, 2012 (6:00 JST).
solid., 2000 m broken, 3000 m dotted.
12h; O 24 h; @ 48 h; A 72 h,

(b) Feb. 16, 2013 (6:00
Line: 1500 m
Back time 4

IZBWT, FOBFRIRIEISHHICL-T
SEHENEEREYS Y v (#E) T %
Wi L7z Fig. 6 (o) OFBIZIGEMR EOE TH 2 h35%E
#AILED S H B RO AREA-B' % il LT\ 7z,

W& #% T [Pb]/[Cd] DRIEME & IO KRR T vV
V& B & MBS B 72012, Table 5 O & iR L 7.
BE o ZRILTHD 2014 ~ 2012 £489K D [Pb]/[Cd] =32+ 3.0 D
—WRIYFEAR OB RE OMPAIZIL, BHTREHIE VI

Fig. 6 (b)
AREA-A'" |2
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(a) rime 20142012 4

A
S
(b) snow 2014-2013
.
o .
S
"
(c) snow 2012-2008
20
o
2 .
= 10 | X s
& o Xg .
X
o BloX vt .
0 02 04 0.6 0.8 1
[Cd] /pg L

Fig. 5 Plots of [Pb] wvs. [Cd] in rime and snow
collected on Mt. Kajigamori

(a) rime, A& 2014 winter season, & 2013, [] 2012,
regression line (solid) except for S; and Sy; (b) snow,
@ 2014 season, O 2013, regression line 2014 ~ 2013
(dotted line); (c) snow, [] 2012, < 2011, < 2010, X
2009, + 2008. Regression line 2014~2013 (dotted
line). Ss Feb. 7, 2010; S, Jan. 2, 2009.

IR R, &l (EE), &RBilikst (hEEsEY)
IZB1F 5 [Pb]/[CA] AR L TW5. BILE (BIFE), 4
(BRI 7 SRR R F R iR < RE
& (BRI 72 o HAWM, HEMoRy i LTto
fiEd ZOHPFAMNICH 5. 2014 4F 2013 SEDF [Pb]/[Cd] =
38+3.3 DEYFEMOBMERZDOHPAIZIE, LFOWILE
(Rlyl), fapdh, FHEE GUEBHE) ROy FilEddh
5. WWHAE (87), Kt (41), WA (40) BT B HK
PRBEIC X AHEHE O IIZD . B R TERILL 72 2014
2018 SE O F I EHEILMN T OEENLFENE, Ly
L, dent (60~63) Rubyhi#Blii - LM (54 ~55)
ERELREND 7. RIEBRENEOZEPNEVWEE
AN EHOMERT (50) RHIH (56) & dRAp->Tw
7z.

Fig. 5 (c) Tl [Pb]/[CA]=17 Z/RL 722 5 (S5, S) D

i
Inner Mongglia
Autonomous Region /"4

Vladiostok

50

40

Latitude / degree

N Yellow Sea .,

sa A
!
A 2 .
-
30 { AN st China Sea | Pacific azea

110 120 130 140
Longitude / degree

Fig. 6 Back trajectories at 1500 m alt. of
meteorological event of rime and snow containing
[Cd] > 0.1 ug L'

(a), (b), (c) corresponding to plots in (a), (b), (c) in
Fig. 5. Back time; 4 12 h; O 24 h; @ 48 h; & 72 h.
(a) 1. Dec.28, 2013 (6:00 JST); 2. Jan. 5, 2014 (6:00
JST); 3. Jan. 22, 2014 (6:00 JST); 4. Feb. 16, 2014
(6:00 JST); 5. Dec. 31, 2012 (6:00 JST); 6. Jan. 23, 7.
2013 (6:00 JST); Feb. 16, 2013 (6:00 JST); 8. Mar. 14,
2013 (6:00 JST); 9. Jan. 16, 2012 (6:00 JST); 10. Jan.
29, 2012 (6:00 JST); 11. Feb. 9, 2012 (6:00 JST); 12.
Mar. 5, 2011 (6:00 JST). (b) 1. Jan. 22, 2014 (6:00
JST); 2. Dec.24, 2012 (6:00 JST); 3. Dec. 31, 2012
(6:00 JST); 4. Jan. 6, 2013 (6:00 JST); 5. Feb. 11, 2013
(6:00 JST); 6. Feb. 23, 2013 (6:00 JST). (c) dotted
line 1. Jan. 29, 2012 (6:00 JST); 2. Jan. 30, 2011 (6:00
JST); 3. Jan. 1, 2009 (6:00 JST); 4. Jan. 10, 2009 (6:00
JST); 5. Dec. 27, 2008 (6:00 JST); broken line 1. Feb.
7, 2010 (6:00 JST); 2. Jan. 2, 2009 (6:00 JST).



108 BUNSEKI
30
» | @
A
A A
% A
ED
0.
= A
0.2
0.0 Y
0.0 5.0 10.0 15.0
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Fig. 7 Plots of (a) [Pb] wus. [nss-SO,>] and (b) [Cd]
Us. [nss—SOf_] on the same day event of rime and
snow collected on Mt. Kajigamori

A\ rime; @ snow.
samples.

Solid line: regression line: of snow

BITUHHL % Fig. 6 (o) (M TR L7z B&ITIEF#DS
ARFA-C' TdH 5 P EEEITE - 0 ¥ 7R — 0 AR
V— L7z

35 Pb-nss-SO,”, Cd-nss-SO,>

SO, &, TRRBEDSERIEAETTH Y, AREESEh
T TH S, BBESIC LB L ETHREL
SO, 7 5 nss-SO” ~NDOEWHEKIFIAZFTHIFIF 100 % TH
5. ARG D SO, DR RF AR 72 D 12 E R0 7
HTHRELZL DD MR TOBEIC X o THEER LI
ENDEOHELH S, nss-SO ~OEHEEIE, FAR T
L% B 72O A 22 5 2 L3RRS 72, Fig.
2 () 75 SO, DHALTED 72 ) DAEMPEH E1Z AREA-A
(6.3~7.0 t*km™), AREA-B (1.1 ~7.0) , AREA-C (1.1) ®
JHTHAT 5. F/2, FERPEHE Pb/SO, TH AREA-A
MEWEFHEIN, Cd/SO, . TIE AREA-A & AREA-B |2
M R2EDRH L. TNET, nssSO. L OB TRITFZIED
HHRAATEI S e hr o 72 & L CTHREILEW O F A K5
o BB G~DZEAL, RBEE AR R O Ak & SR
FOBEMSPHEKETHS LEZ NS, 35 TlE, [Pbl/
[Cd] HelZ & U A — O 2 FE ol 2 T ot gt L L
THEINL 7272 Pb, Cd & FA—DHJHED nss-SO,* & DI
P ECE S, E518, BOKTEBIZHMEREORR

KAGAKU

Vol. 66 (2017)
IT7EVNLRET H720F L OGO X - Th T
P A ZOREREEWEORENEND LS NS.

3-5-1 BEHFEREM  FHHRIGUETo [Pb]/[Cd]
AW —Th 24, %I Fig. 4 55 [ HEREGUE
D THERDE TR TN TOFEHEIIBNTD
EWRE % 72 8 B84, HO [Pbl-[nss-SO,”] KU [Cd]-
[nss-SO,*] ARV HIBIBIFR 2 R 3k L S0k & LT
BEBIRT L2061, BRKICEENEE L F—EIFED [nss-
SO RMEETE S, 51, WELeThKkEFIIBV
TEPOKT O LR E M & PEH D7 Alnss-SO,™ ] 1 ZAHKEF
A ORI E FED nss-SO, 7 HIN T 5. BOKOFEAET 5 KA
BeftE & A RA & OBFRAHEORK LT B Vo #T
HbHEEZOND. Fig. 3 (a) HT Dec. 24, 2014 & Feb.
19, 2012 % B & [Pb]-[Cd] (258 W AHBI B4R I B - 72 Jan.
22,2014 ; Feb. 16, 2014 ; Feb. 21, 2014 ; Dec. 31, 2012 ;
Feb. 16, 2013 ; Jan. 29, 2012 ; Mar. 5, 2011 O a{EHxT % J#IR
L7z, Fig. 7121d, 26 0RBXITEBT 5 [Pbl-[nss
SO, KU [Cd]-[nssSO, 1 70 v h&2RL7. F (@) 12
B\ T [Pb]/[nssSO, 1=2.66*0.22 (+*=0.9655) & O
[Cd]/[nss-SO,] =0.0738 £0.0078 (r*=0.9474) TdH - 7-.
6 HERHLL 728k & F O H T [Pb]/[Cd] e —F LT 5
B2 B Vv T [Pbl-[nss-SO,”] K U [Cd]-[nss-SO,*] 7
Ty b CEWAHMBERT R WZ S .

""Ph: [Pb] = 2.64+ [nss-SO,*] — 1.417

7 =0.9629 (6)
"Cd: [Cd] =0.0731 [nss-SO,™] —0.0235
1 =0.9338 (7)

FERITN— R & LT Pb-Cdnss-SO,” TRIFZRHENZ D 5
RRGEME L L EEZOND.

BOKIZE ENE &I L RIEO [nss-SO,7] 1%, ke
® [Pb], [CA] 25 KA THETE . FLILBRIFEO [nss-
SO % e [0S0, 1 ime B O e [n88-SO0,7 1 e & TE 32
T2 KD [Pbline [Cdlime (E3K(6), (7) 2 5KD
RAUIRATHZ L TRDLNA.

e [155-80,71™ = 0.863 * [Pb] 0= 0.596 (8)
e [155-80,771 %= 12,83 [Cd] e+ 0.38 (9)

obs. [nSS_SO427] rime & Z){‘ obs. [HSS—SO427] snow % *éj‘ 7‘J( <‘: é§ ":FI D %
W (mg L) & U, BOKHOBEDILFAREOREE % # R
i AlnssSO,7] & EHZTIUTRKX DAY 5.

A158-SO,* 1= 4y [155-505" T ime = cate [155-SO4" T e
(9)
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Fig. 8 Back trajectory at 1500 m alt. of the same day
meteorological event of rime and snow in Dec. 24,
2013 (6:00 JST)

Back time; 4, 12 h; O, 24 h; @, 48 h; &, 72 h.
Solid line at 1500 m alt., broken line at 2000 m alt.,
dotted line at 3000 m alt. at starting point above Mt.
Kajigamori.

A155-SO,* 1= 4y [155-805" Time = cate [158-S0," 1% e
(10)

[Pb]-[Cd] 7 & v FIZB W T [PblymeZ5ug L K O
[CAlyime = 0.2 ug L7 O 5k % G L 72 BHOKSEHIC# A L
Alnss-SOT] D [nss-SO  liime KT T B HGH DR % % =
A[nss-SO,*1/ ops. [155-SO0,  Tiime X 100 TKD 72, FhEho
F 535 ([Pblime & & % %, [Cdlyime 12 & 2 %) 1E Jan. 22,
2014 (64 %, 67 %), Feb. 16, 2013 (55 %, 59 %), Jan. 29,
2012 (83 %, 31 %) THHERBIBLIENTE.

Fig. 3 (a) OWTHELS, (Dec. 24, 2013) DFHiL [Pb]-
[Cd] BYREMR LT Ty MDD RS, BHkiEsn
TWwie, HFH5EDHE% OFHHEME (44 %, 25 %) THD,
Pb2HRD72% & CAPHLD% ITRELENH-72. 2
DED [Pb]/[Cd] =28 (ZdLHE (28), L (27), hHE
(26) DEIZED > 72H%, KD [Pb]/[Cd]=16 1Y 7 )V
() %I OEBHIZ BT B2LFORKKTT B VHT
Of (14) b -7z, HFREH (Fig. 8) (TBWT 48
MR AT i i 3, 24 BERIRTICIE Y v (EE) SRR Ar
L7222 EhHEDKIZSH S O/ TAREAB, Th 5 V
v (BE) EROLTOVIVERDAALEEETH L E
EZIbNA.

3:5:2 2H# 3-5-112BVTPb & Cd B[E—DE
VA BFA L7235 0 A % BN TUEBHOK I O KR
L SN TE L [nssSO, TR MEREE LTHEDLZ L
WTELIEEREL. [nss-SO,] & OEEM: % ##HT
L7204 NS Y ARL % BME L72EF (Table 2)
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RIRHT ORI IR & L CGRIRL 72 S 512 Fig. 5 (a) @ [Pb]/
[Cd] 71y MZBWTHFEM D S/ D R & 2= BK
Dec. 24, 2013 ; Feb. 19, 2012 & Fig. 5 (¢) 2B\ CTHlJFHE
WOAMN DR E 72 Jan. 26, 2012 ; Feb. 19, 2012 ; Mar. 12,
2012 ; Mar. 18, 2011 ; Feb. 7, 2010 ; Jan. 2, 2009 ; Mar.3,
2009 ; Jan. 31, 2008 % k< & & Tl —2HEOREHI N R %
B D JAAZZ. KIC [Pb]-[nss-SO, ] & [Cd]-[nss-SO,™ ]
ORI B % B L7z

Fig. 9 X, [Pb]—[nss—SOff] b [Cd]—[nss—SOf’] OTay
FERL72. FO [Pb]l-[nss-SO, 7] 7H v b Fig. 9 (a) I
BVTERIFE HRIGU (©) OBE12RO 72 mlF s
EWAIEREBEHP TH D, 1T L AL ORI
#HPANIZ B % 2% Dec. 27, 2010 ; Dec. 8, 2008 ; Jan. 1, 2009 ;
Jan. 10, 2009 (FEME L D £F5 (Pb U v F), Feb. 11, 2013
(M P)); Feb. 23, 2013 (JXPy) I TF (nssSO," Vv F)
Thotz. BOKIZBIFAL 7Ty b Fig. 9 (b) TiE, —Ho
AHBPEASHEL LT 7z,

rimePb: [Pb] = 1.60" [HSS—SO427] +0.138

7 = 0.8843 (1)
"Physien: [Pb] = 0.926- [nss-SO,1-0.624
7¥ = 0.9099 (12)

OMBEBARRE S N 22T, Bk o | 7
V— T %35 T ™Pb (line 1), "Pb,,q (line2) & LT
FLTWa. BKIE, MHRKLZ2%E XD nssSO," Y v F
THhY, [ UEEOMIKIZBWTD nssSO, 1) v FI2%
57 )WV—7 (line 2) BFLET SH. FIIBIT S [Cd]-[nss
SO,71 7u v b Fig. 9 (o) T, FHKIGRE (D) 1B
B YR EAR ORI ASIZ L AL TH DA CA Y v
F & nssSO.T V) v F BB H L. BKICBIFA SO Y
b Fig. 9 (d) Ti&, FEMEFEMPAAGEE L 2R =20
AHRE R AR ASHI B L 72,

rimecd: [Cd] = (0.0488- [HSS—SO427:| +0.0517

% = 0.9376 (13)
rimeCds-rich: [Cd] =0.0202- [nss-SOff] +0.0574
= 0.8718 (14)
OHEBEBRTH o7, TI2T, ko cdizownT

meCd, "M™Cdyg & LTELTWA. 7 HRBGIEHZ BT
L AR RO E LA S [Cd]/[nss-SO.] Hid/h & w
nssSO U v F %7 V—7 (line 2) DHEAEDVWIETDH 5.
BKIZ, BE Y nss-SO,” Y v FTHY, FUREOEIKIZ
BWTH nss-SO,T ) v FI2% B 7 IV—7 (line 2) 2EAE
T 5.
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Fig. 9 Plots of [Pb] vs. [nss-SO,*] and [Cd] vs. [nss-SO,*] in rime and snow

(a), (c) snow: O 2014, 2013, 2012; & 2011, 2010, %2009, + 2008, @ same day sampling of rime and snow.

(b)

rime: A 1. Jan. 22, 2014; 2. Feb. 9, 2012; 3. Jan. 23, 2013; 4. Feb. 16, 2012; 5. Feb. 29, 2012; 6. Dec. 28, 2013; 7. Feb.
16, 2014; (d) rime: A 1. Jan. 5, 2014; 2. Jan. 22, 2014; 3. Jan. 23, 2013; 4. Feb. 9, 2012; 5. Jan. 29, 2012; 6. Feb. 16,

2013; 7. Mar. 14, 2013; 8. Dec. 28, 2013.
with standard error (dotted).
error (dotted).

BEBT, " Pbon, " Clgrien DRI A P TRL
7o, FERREBGR O BT EE RIS B W TG AR %
otz L2255 T, Alnss-SO,7] 122 W Tk o
WL 050,71 ORHB MK OMBETHL L E
AoNs. REEL RIE#E 2% S T & 7 IRmR TR IR
DEPKIZI D AFNRRTHL LEmINS. KEET
X, RAZ7 OV VoOmERERS FARYE LD ENZ &
6% R ISR AR E 2 b b,

4 T & ®

BERR''NZ BV TAFEOBIRRE & F 05 Bk %
WEOFRT AT v ¥ 2R T OB ORT-53 10 ORE R
e & 538 L7z AREA-A G4 - @)iEE50), AREA-B (&
WY - HREHE), AREA-B, (HEFE) ORI
NZN [Pb]/[Cd]=38+3, 32+3, 15x2 Th-o72. fijx
TIAT v Y aFRROMIER OS5 EO R EE R L /2.
EPIEP.:[S . ﬁe? WORKGGWE DA TR ORI X
D LA I A o TR - BAY T RE R SR DA

(a), (c): line 1, regression line (solid) of same day sampling group (@)
(b), (d): line 1 and line 2 for regression line (solid) of the sample with standard

FEROTMARKE DKL [Pb]/[Cd] [HICEHN2HEDNS
T5EHMTORKLT OV IV OWEERBEN L2 5
SO, EORMi L |/_EDRNFIIRELL T L VEEZOLNS.

[Pb]/[Cd] D —IZ & kIO F—H 23D Tk
REOHH AT L &, F—RBEOREHICBVWTIh
T THEAR WV [Pb]-[nss-SO, ] & OF [Cd]-[nss-SO,"] D
BOIEOM BRI FELET L L2 MO TRALZ. Bk
IR 2 % X N C & A JRiE M R ERIR %S L
ﬁF B [nss-SO,7 DSE L R B E DB - 72, ok
DT % nss-SO,> DFLIF B £ 7 5 BRHR LB JE 3812 38 2k
Wiz HEETE D, 5%, BOKIFA OEILE Y O Kk
AR SO W T AL ETH 5.

F72, FBIDOLRh o7 AREAC (BEIE -1 v 7) I
DT AL A AR#IE T OREHRIN, AREA-D (HAfFIL) 12
DV RIEMER B E OB S N5 KL 5 TR
WENTBEDPLETH LD HBOFETH 5.
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Fig. 10 Back trajectories at 1500 m alt. of
meteorological event of rime

(a) 1. Jan. 22, 2014 (6:00 JST); 2. Feb. 9, 2012 (6:00
JST); 3. Jan. 23, 2013 (6:00 JST); 4. Feb. 16, 2012
(6:00 JST); 5. Feb. 29, 2012 (6:00] ST); 6. Dec. 28,
2013 (6:00 JST); 7. Feb. 16, 2014 (6:00 JST). (b) 1.
Jan. 5, 2014 (6:00 JST); 2. Jan. 22, 2014 (6:00 JST); 3.
Jan. 23, 2018 (6:00 JST); 4. Feb. 9, 2012 (6:00 JST); 5
Jan. 29, 2012 (6:00 JST); 6. Feb. 16, 2013 (6:00 JST)
7. Mar. 14, 2013 (6:00 JST); 8. Dec. 28, 2013 (6:00
JST). Back time; 4 12 h; O 24 h; @ 48 h; & 72 h.
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Long-range Transport Mechanism of Cadmium, Lead and Nonseasalt-sulfate Ion
in Fresh Rime and Fresh Snow Collected on the Summit of Mt. Kajigamori,
Kochi Prefecture, Japan during the 2008-2014 Winter Season
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Chemical components (Na', NH,", K, Mg2+, Ca™, F~, CI', NOy, Br, NO;, PO,”, SO,") of
fresh rime and snow collected on the summit of Mt. Kajigamori (ALT. 1400 m), Kochi, Shikoku
Island in West Japan, where there is a watershed protection forest of Riv. Yoshinogawa during
winter season of 2008-2014 y. was obtained with [Pb] and [Cd]. In both the rime and snow
precipitated under similar back trajectories in a one day meteorological event, there was a
strong positive correlation (r? = 0.9665, [Pb]/[Cd] = 35=1.9) in [Pb] vs. [Cd] plots, indicating
the same origin. The ratio was in agreement with the ratio of 37 for the emission in
Shandong, China (37). In the case of these metals vs. [nss—SOf_] plots although there was a
good positive correlation in snow, there was an incorrect correlation in the rime. In some
rimes, an excess [nss—SOf‘] could be found more than [nss—SOf_] calculated based on the
proportionality in the snow at its [Pb], indicating the existence of different types of origin of
nss-SO,~ species in the south Liaoning, China. In rime (2014-2012 y.) and snow (2014-
2013 y), it was found that a good positive correlation (r*=0.9038, 32+3) and (r*=0.9173,
38*3) in [Pb] wvs. [Cd] plots, respectively, when back trajectories passed through around
Liaoning-south Jilin area and around Bohai. In the case of these metals vs. [nss-SO,*] plots,
there were two individual good positive correlations in only the rime. In order to treat the
same manner as the one-day sampling, the excess [nss—SOf_] estimated in rime was attributed
to urban aerosol around northeast China. It was considered that the excess [nss-SO,”].
When the back trajectories passed through around Korea, the ratio of [Pb]/[Cd] = 15+2 (r? =
0.9355) corresponded to that of 14 for the ratio collected in winter season at rural area of near
Seoul, Korea.

Keywords: non-sea salt sulfate; cadmium; lead; rime; fresh snow.



