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B AMRIC BT 2 B BRIGEME OBENBB OLEICE T 5 R

(1) B A HEIR DO PAHs D 4347 & B REAEAT IC B4 B A 30

BIRKF:

AR TR R A LT ZEE B A e KE
HTAFRIR AR AT K55 WERBRGIEGEE Il Kb

KR VA
SIRKF E IR TR R Bl HZ
FREARY: RELet ¥ — EAT

SRR
R
P2

[EF]

[ZF—U

R ARMEFHE

RE a3 AR

i R
=
TR

Bz -

P

pi

I~23FEERHTHEE 67, 192TH (5b, FRSHFEETHEE: 24, 498 TH)
THEEIL, MEREEET,

AARMEZHIcAA, PE, E, o7k, 2EREERFRELRITHAIMATRLE
FLTWAHIKTH D, Z D4 EDEFL3ERTT T, 20104 £ O & Z=Hi 12 KQIF I B %
fkREEE L. PAH, NPAHZ T L72, T E TOFERE L FRKIC, PEOEH KK
PAH, NPAHRENFE L <@ <., L#%é%%@(ﬁmﬁﬁ)%ﬁ%f%otoﬁ&%ﬁ
OGS, FEEAL - FEALH T ORI BT D EER AL A RBREE, FFICA T O A KIE
B DG N RENSTZR, DREOERHICH T 5 EFEREAERITEHETH 72, K
(2. HERCHE S O S b T 2006 ~20074F FE I e ffi 42 U 72 R A7 K 5T 12 By B2 O PAH. NPAH
o Lz, BEIZH 6202 L7EPAHOD 72 & " NPAHIRE © 10 H )iz B L, 44 4]
MO L TID LR D A A K LTz, Z ONPAHRE O INHIH & =
DAREREEIME =B L, %IRRT SO bEbEs L. ZTORK
HPAH, NPAHIREE @ EA 1%, AZFICH E AL CHAE L7PAH, NPAHDSRER 5 £
TREEMEXINZZOTHDZ ENHLNIT ﬁoko*ﬁ\5$@®¢%@\aﬁm
i, WO U TR RO RE~REE KRR L, S OICHEEG T (RID) &
Va7 7 A= VI T IIAKbEERL, PAHZ 5 ﬁbtoﬁﬁﬁ®ﬁm¢%wm
REIZ e 7K P~ B RRERO R EW NS -7, —FH . RILTik
W OKRPAHIE FE XA E IZ @D o 72, & HIZi E O SCHE b R CTHARMEOPAHIZEE T 24
BN L ZHER LT, K& - MEPETTPAH, NPAHIEE OF — X%, ¥ 77—~ 3D MBI
gt L 7=,

— F] ZRIEEBERLKFE, = P BREFRRIKE, K727 K&, BFE

1. IIC®IC
BRAOARMEHE (AR, vE, E, v 7) 3. QR EERBEREZHRTAIMA TR LEHR

LTWd

i TH D, FELRLF—ORBEITEICIY REEZERY, FEIXTENAKREZEN, B
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ﬁ%% U2 E M, 7T RIRA A (RN T IZAR) TH DY o ALFREORREEIC

. FEx OEFEMEREEL TOVDER, NFIZZNETNOEO =R LF —FFELZE, EED
%ﬁ\ﬂ%&mv«w@&_ibk%<£&01wé ﬁnﬁ%%%imﬁinwm%ﬂﬁl@ﬁ
FHLERE=ZY) 7Ry U= ZHE L, AEHEWEO 5L L TERG EFHERILKFHE
¥ (polycyclic aromatic hydrocarbons; PAHs) 2 {2V \“CZ%{I: %S:LFHJF LTC&iEY,

2. MAREBE®

(1) 2O EER

EK@W@Mm&U% PIRVEE MG YR (LU FPOPS &) Zxtge b LT, IRENE & &
T5 - BhREMEAT 24T\, L L WESOAM, BREP COFERMRICEBRT D, £ORKR
_%OVT\H%%*VV7%W&L\ﬁﬁ%&%ﬁ@ CZIZHDONERLNCT D,

(2) ¥y 7F—<1DOWEER

H AW OPAHSIE FEORIE & i EOFER OB 24T\, BB EZH L NI T 5,

3. WFERARFGE

(1) RREBIOMEM R & ATl E

SR, LR, R, AeJuN, demt, R, 8kEE. MEE. BE. @IN. &, Yo, Uo7 YOS
S RN S NI A
HsL, s (AA) | HifF Lo
B (RE) . w7 U4 A 7 4L 100
MICMEST DX A T—~T T
(my7) &Lz, LEoimixX
(D)-LTR LTz, KRB O LT
NARY 2a—Lb=T —H% 7T —
(A Sflife 7 4 L2 —) T, JFHE
ZEfi20 e L CiT o 72, AR T
L7 4V E—"mARKHL, Ny 7
7T v v N T L B 2 A
L7, MEBBIE Y 4 V& —1%, #ib)
%, X - /) — )L TPAH,
NPAHZ I L, 7Ah U EE, K
TUEd, Rk, 2EOT7E =T
U VIS i L CHPLC O BT RURE & ®(1)-1 KRB OMERT (H5)
L7=%,

(2) ¥EKF OF)IKRBE O #UR & ATLE

2008481 ~20124F2 12, MBI (F 7 v — AR th) | RiIFHL (RIKKT) | Insed (A
JIR) B L XA (EEERY) | T GERKRY) | BERERL e O TRET 1T 3
— RS TR AR A A 2 DT BT R, BT R, EENR R, v TR R, AR
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— Y 7N N KRR I C. RIE~WEWKEZRIR L2, DL EoSEZRQ)-21Rr Lz, F
72, 200045 A ~20122 712, = o7 7 A — VI O K OV [E BT Nt O R g K 2 I L 7=,
IRBIENWTR OB TR ZAHE LI — R v VELLET 4 A7 Z&RKFICHELRY
HPLC AT iz fik L7z,

B | e e’

o e .
Pl
_——

-
RN
-
-

F—ANBZ Y=o TIL, (F
FREREOEKLEFR
hmeAall-.

M(1)-2  EAKOH T YT (fE)
H A0 B i ek
W 71HERE - ROK T, dLiEE R, RIGKRT:, SEHLREKR., v v TR T 7 I — MR 3,
L RFE, B v— et

2008 4= | 8 H EWit O 9-10 H M IT A
5 H Flk A O 20104F 9 H REEFRAM A
5 H JIER 9-10 A WEII A
2009 ££ |9 H Flg i O 6-7 A BLIAMN X
9-10 H | RE 1T [ 2011 4 9 H R [E A Y X
11 A Flg i O 10 H MBI X
2010 4 5 H FlR AL A 10-11 A | #F M X
7-8 H ME I A 2012 4 1-2 A ST X

BT R

W IHBE - v > TR T T X — 3G (FEBRAS)
20094F 7H FEBRASFH A it O
20104 7-8 1 FEBRAS iy <&
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(3) HEHFDPAH, NPAHSGHT H ik

PAHIZmHIRIE 7 v~ b7 7 7 ¢ —-@ 1L (HPLC-FLD) . NPAHIZAEE 6% L 7o
HPLC-{L % e M HiE (HPLC-CLD) 2k W /3#r L7=Y, £7=. KRB O~ OPAHS M TR H
DAY T A VIEMEHPLC-FLDIE & 0FF L72°7 , 728, Hixi4 & L7ZPAH, NPAHZ #(1)-1 % O}
[(1)-3,4 (PAH, NPAHDO#EER) 127 LT,

#(1)-1 AT PAH, NPAH

PARS | Lt NPAHs | B Lo

Nap 2 Naphtharene 2-NF 3 2-Nitrofluorene

Ace 3 Acenaphtylene 4-Nph 3 4-Nitrophenanthrene

Fle 3 Fluorene 9-Nph 3 9-Nitrophenanthrene

Ant 3 Anthracene 5-NAc 3 5-Nitroacenaphthene

Phe 3 Phenanthrene 2-NA 3 2-Nitroanthracene

Flu 4 Fluoranthene 9-NA 3 9-Nitroanthracene

Pyr 4 Pyrene 1-NP 4 1-Nitropyrene

BaA 4 Benz[a]abthracene 2-NP 4 2-Nitropyrene

Chr 4 Chrysene 4-NP 4 4-Nitropyrene

B[a]P 5 Benzo[a]pyrene 3-NFR 4 3-Nitrofluoranthene

B[b]F 5 Benzo[b]fluoranthene 2-NTP 4 2-Nitrotriphenylene

B[K]F 5 Benzo[k]fluoranthene 7-NBaA 4 7-Nitrobenz[a]anthracene

DBA 5 Dibenz[a,h]anthracene | 6-NC 4 6-Nitrochrysene

BPe 6 Benzo[ghi]perylene 3-NBA 4 3-Nitrobenzanthrone

IDP 6 Indeo[1,2,3-cd]pyrene 10-NBA 4 10-Nitrobenzanthrone
1,3-DNP 4 1,3-Dinitropyrene
1.6-DNP 4 1,6-Dinitropyrene
1,8-DNP 4 1,8-Dinitropyrene
6-NBaP 5 6-Nitrobenzo[a]pyrene
1-NPer 5 1-Nitroperylene
3-NPer 5 3-Nitroperylene
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(1)-3 53 Hr kS PAHD HE 1E

& &

wm&;

NPh ? NFR

OOQ

7-NBaA

2-NTP 6-NBaP

X(1)-4 M1 xFGENPAH D # 15 =X
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4. BERROEZE

(1) REARBREESRTOKRKH PAH, NPAH B E

RAREZ DIXEBEE=F V7 Xy NU—7 ZHEE L, 1997 £ LV Z OO KK BRE D&
bABBF L TV 5, AR T A ORI X 2 %xF5 PAH, NPAH OFEFHS R > 7273, 2010 £ £ T
WCFEME L7 4 A E (13 #HH) O KRR IE L7z PAH & NPAH OFEE (FH 2 L OFHE) #ibH,
El% . ZPAH (Pyr +BaA + Chr + BbF + BKF + BaP) & INPAH (DNPs (1,3-DNP + 1,6-DNP + 1,8-DNP)
+1-NP + 6-NC + 6-NBaP) . ##(1)-2 2~ L7-, 4 ZEOKEH PAH, NPAH D5 YEAL 1412
HE > vy > @EE, BROIETH 72, FriZ, TEOHFEL - BALHIT IS E T 5%,
JE, $k58 M OHE R O RGP EEN KRS E <, BAOHEH & ORIZIE 30~300 6 DEWRH - 7=,
Loy, RUHETHER (L) C#HEE (EBM) #5 o KKF PAH, NPAH BE X H A OHH
EIvEWbOD, KEN o, Fio, HEE2LAFORICEK LY UALERNT, WO
A ORKH PAH & NPAH IRE S B3 (T IRIEKME, AFICRkEMEOFHLH 2R LTz, €DK
ELT, MIRABRELDBEICHE L X512 ® £F T, KRB HEMICZED S, PAH &
NPAH % & CREIBEREME DI LIZS W ER0fm R, Al Eofbakkt 2 H 3+ 2 EER
7y PAH & NPAH 22 EIZHAET H 2 L, EFTIHAKEDE PAH, NPAH Z5HHIZ LD £
BT D 2 LML IGIT L > TPAH NPAH O3RN L 0 tde Z L R 8 BRI T WD,

F(1)-2  BR H AW EEA T O KK HPAH, NPAHR

PAH (pmol/m?) NPAH (fmol/m?)

25 A% HF AT

AR AR 15 — 12 34 — 530
J: 978 0.7 — 22 12 — 88

FLIR 1.1 — 16 17 — 190

JEFUIH 1.0 — 13 9.0 — 120

i b3 14 — 560 180 — 3500
T 26 — 700 190 — 1300
eI 587 — 1400 1000 — 12000

Brre 74 — 710 140 — 5100

a2 42 — 39 84 — 380

& 23 — 8.2 47 — 340

i ] VA % 10 900
21l 28 — 13 21 — 110

ny7 UITVAANY 39 — 200 45 — 640

[PAH]: [Pyr]+[BaA]+[Chr]+[BbF]+[BkF]+[BaP]
[NPAH]: [DNPs]+[1-NP]+[6-NC]+[6-NBaP]

* BEBEDT —H DI,
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(2) REAEBRIELRHOKK T PAH, NPAH EE#HS L TERAFROEL
WA, BRAARMEISICALE T DE 2 Tk, RIS E R2WEE CWREREZZT WD, £

e & BT A RE D REHE CTHRAET DIRBEET A XU U AN KD RERTGYRD K & 72 rb

E7oTVD A, FEBUFIIEBIICRER SR LI OHL TS, FRICHETITIERA Y

YE Y 7R AR RRIGROWER S L TLGOMABER, RIFEEH, VRO

fE, BEESRERRREZ2HE L, DRETLEEHMETT 4 — B AL HEOBRH NG E > T, K

TRWERENMETLTCND, SSICHBIEOMRERN LY, Je0 2 8HloMl S MR- T, KK

TBY A L TV A Z E N EfM SN TV 5, BEIC PAH %95 NPAH O i FE kb (INPAH]/[PAH])

X, T4 —Erx=r Py (2700°C) > fijfk A b—7 (1100C) > # A b—7 (500~600°C) f&

DONEWZ /NS PERMBH N TE 72 PAH R O AL X 0 @& 2GR BIEE 23 B W 3 A IR Ok Bl <~ —

H—ThdILEWE LS D, 2 T2 OINPAHY/[PAH]LLZ FIV T, Bt H AW 8 mti, &

Do EEDREOEEETORKIGROHER K O EE R OMRIT 21T - 7=,

1) &8 - 1E (MQ1)-5-A) & (PEESESEOEHR) TR oRERHE T TH Y . &N
MIETdH D720 A RIRBEIC L 2HEMBEENMTh TE 7z, #FRARFEE OIX 2001 FFEH D KR
D PAH, NPAH & OfkGillE 217> TEX 7z, HUFO PAHREITE S, &0 bIF&AFICRE
FEHARRNA T =GB OMENREICHHINTNDL I ERRERBEREEZ BN, &
AN, 2010 £ D PAH JREE XK 2/9 I L Tz, EOFHE & LT, 2003 N DHIX L E
ST HUERBLBUR I LD | LIS O BER RBE RO WA KRR A T —OWER EDN T,
EHICARMEEEMZHHPEFI A — FA Y 7T OFR AL LA 2006 0 DIFE 5 72 EFEICA
MTOARREEOFENTNY . & 51T 2009 4 75 Yt HI85E e 2= Tl bt
WTHE RO 15 M AR & W o B B B 28 T ARFBEEINTC KR AIRA A 7 —IC
DUV TR RE O FRALCZ b L 72 258 ORIl A 2 MRFED L5 7o @G YA 3 o B #H
FOBERZM#ED 5085 2 bz, —J7. NPAH 21T PAH I EICHETHIZEWE DD,
e EHIL W CHER L7z, 2 OO [1-NPY/[Pyr]fEiX 0.0029 (2001 4F) 7% 0.02 (2010 4F) 1THK
TN LT, BOEOHFEIZESHEOHMARRE L, BT TH BB HEEEAEILSE L T
BY., 20 NPAH BEORIZWVIRED FER LE 2 bhiz,

2) demt - HE (B(1)-5-B) : AbRUEARE o BT R EO EE TH Y . Bus, Xk
OHRLEREBEARZRDO FLTH L, EFITIHDO KK PAH, NPAH 1L, 2004 4 ~2005
FEIZZNZE I 66 pmol/m® & 345 fmol/m® T&H v | 2010 4 ZFH 17 pmol/m® & 219 fmol/m®
ThHY, WTFhbEd Lic, —FH, AFICIERORKKH NPAH B E L, B Z & AR
MR LT, KA PAH X, 2004 4F~2005 4E7> 5 2007 4F~2008 4EIZ 7 T Lz
H DD, 2010 2 F OfE 884 pmol/m® &z L 7=, bR TIE 2008 4EICA Y v By 7 %
B L TRV . Z D7 JE L O BB, O HAN 2 08 A% O AR O tE,
TR OFE L, L5 OMINEIRE Z KEIG IR ICHT Tne, £, 2004 FidbicBiT 5
HEV O P 2 BHNEL, BRI OHEH 2 BL#l EURO2 IZFEYS 32 & D TH - 7245, 2005 4Ei2ixH
YU CHBHE, T —B/LHBEICET M AL HIE, EURO3 (Y 32 HrHEd A B
EFHALTHNS S, Zhbid, EstoK&KH PAH, NPAH #EE23 2010 FE £ TIC FA D 2
DholmBREEE X BT, 20010 FOXLIZHR SN ®ERE PAHIZOWTIEX, AV vy
BRI 1212 fEFn S 7o b e OV 0 JE AR TH O & 5 A IR BE B i i OB TE B RIR 72 & 5 %
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K (1)-5 HEHT O KK FPAH, NPAHEE & FEREFROHERS

HiILDH, 2010 4 DR H[L-NPY/[Pyr]bb 23 £ 0 A RRBEIZITV 0.001 Tho7oZ &b EhEy
S TE 5,

3) by - pE (BI(1)-5-C) @ B¥EI#ARA 3FHICREWITH 2 EILOW NITALE L, PIENEE
TR REREH CTH D AFFEIEH 513 2007 45 ~2008 45} 18 2010 4512 EifED KA H PAH,
NPAH DG Y4 7 5EhE L 7=, X (1)-5-C IZ/RE N7 L 912, BEZFETIiX PAHs & NPAHs & />
L, &Fci3dicymirz, £7-. kmqﬂ[l—NP]/[Pyr]tt%Eékg%’ék HlT/hEL rolz, |k
WTIL20104FD 5 H 1 HNS 10 H 3L HE CHEEESARES L, ZHICHIZAEY L1
JE R i a3 0 T Bk S A LA B O B biTh e, £ 21T, 2010 FOAFITRKH
PAH, NPAHREN E HICWMLZ B2 65, — 4, 2010484 A 1575 11 A 15 A £
T EEF o R—DS O BB EIC K L CEATIFATREIC & D R EHHE A Thn O, &5, #ik
A2 8 H8 D B AN HE A 77 B R AT PAHS, NPAHS I N B2 12 Lz S HERI S LD,

4) 4R BA (K(1)-6-A) : &ROKKT PAH EEE T 1997 4£~2010 £ £ T 13 ERICE 1T
78% (9.5 pmol/m® 7> & 2.0 pmol/m®) | 4% 64% (15 pmol/m® 7> 5.2 pmol/m®) 84> L 7=, NPAH
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PP R R R P Eeik LT E X 89% (322 f mol/m® 725 34 fmol/m®) . %413 88% (533 fmol/m®
25 63 fmol/m®) JEib L7z, MiZEi L &80 IL NPAH O 52 PAH L0 b K& oz, &R
DRZH PAH, NPAH & &2 13 FRIICKIEIZHHA L, RRGERITIEEERIZH L EE 2N
Tme FEFAEPFOLEEITHOWNT, 1997 FIL[1-NPY[PYr]tb 230372 0 K& o723, a2k s 2
T LTz, ZOBERIZOWT, bAEICB T2 BBEOHEICH 72 L B2 LD M,
BICELDTHRT D,

5) AL#E -

AA (1X(1)-6-B)

: FLIR O K& PAH 1L 1997 #-~2010 £ T 13 FRIICEF
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L L, 1997 AICHIE S iz NPAH OFEEILZ O %ICHIE L= NPAH & 1E[E CT2v, g
TEDLZDOHICONTHD L, 2004 FIZH#E LT 2010 4EDE T 40% (30 fmol/m® 75 18
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6) HE - A (X(1)-6-C) : HITD KK PAH H2JEEX 1997 4£~2010 £ £ T 13 FERICE X

86% (6.8 pmol/m®7>5 0.9 pmol/m®) . %% 76% (26 pmol/m® 7% 6.1 pmol/m®) J&/4 L7-, B
T, 1997 FFICHIE S 47 NPAH OFERE X Z D% ICHIE L7z NPAH L 1ZFE L TRV, T
XHEDHITONTHD L 2004 4E 12 bl L T 2010 40 H 1 71% (41 fmol/m® 7> & 12 fmol/m?) |
£0% 11% (65 fmol/m® 7> & 58 fmol/m®) J8i/b L7z, &R, FLIE & RER IS KA Yl e S48 1 12
HoT,

7) JEU - BA ([R(1)-6-D) : ALJUIN O PAH 2 1% 1997 4:~2010 4F % T 13 4EIC H 13 62%

(9.5 pmol/m® 7> 3.6 pmol/m®) . %1% 41% (15 pmol/m® 7> % 8.8 pmol/m®) W4 L7=, K&t
NPAH 2 £ 13 . 2004 4E12%F L T B 1% 74% (46 fmol/m® 7> 5 12 fmol/m®) . 4 1% 56% (119 fmol/m®
736 52 fmol/m®) A L=, ko 3#H & RIS KRBT L EEmICH - 7,

8) AL DOHEN D FEEL « fFFEFEH HIX., 1997 H~2010 4 F TO & 13 M Lo bR EO 4

FBH O KRG H PAH, NPAH 754 % 3+l L T & 72, PAH, NPAH Lkt 2 FH L T EER AR %
R L7 ZA, @R AL OFRTIEEBIE, fF2T7 0 —BLETHLIDOIK LT, b
MTiE, RS TIH R OARRERZTHD Z L 2H LN Lz ¥ &R, LR R O R
DRKZH PAH, NPAH BE O KIERD OER & L CdEFABERFNAE 20N D, T4 —F
JVE R BT S PE A BT 2003 I H AL E] . 2005 ISR WILE] . 2009 I AR X b
FRWHEGIEHA S, BEMcmibsh Tz (KQ)-7) 2, kic, =vYroklR »@
RREOKE LB Z LN D Y, Eo, HFRINEHE DL T CTIZ[L-NPY[PYr] b 28 1 b R BE S 5% T
INEL, BEIHETRKEWZ L 2HELEZ P, UL, &R, fLIELOCEROWFho KK+
[1-NPY/[Pyr]tt & 1997 47~ 5 2010 4F E TIZ KA L7z (B(1)-6), £ OFH & LT, 1-NP
MEICT P UNT Pyr & NOx & OALHRGIC E D AR SN D 28, B LV B B gk 7 2 41 i
IZE D NOXRENRHAD LoodH 5 H, T OMHFEZRIZE D 1-NP O34 Pyr L h K=
K tpolzlbtEZ2 bW,

—J5, AETUM D KK H[1-NPY/[Pyr]biE R & 72 281k 23 72 <, PAH. NPAH @ &= B AL IR IR
ELTa—7 2ARICHEI ARRBELHEIND, T72bb, MOHTTHO X 5 IZHEHT 2L,
TV OWE, REO%E
DN EB BN E Do -
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RORM =W E R 2 choki  Post-| 03 =
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(3) PAH, NPAH D& FEBE# £ p— -
BRe R4 6 1. BEIC 2004 4 9 - s %
H~2005 & 9 HIZHEEX &St - f;@%ﬁmg
(BN KT AT — a3 )
THFAE LI KK ED PAH
ZHT L. 3~6 B& PAH O K& H
BENDL AFa~4 HHAaIZE
ATHZ &, @ EAMEAFED
iR IEE I (10 A ha~4 A HA) \ I\ aAr A
T AL, @mBEMES A SR SR A ™ M AREF R L v
78S TR E AL T R T b ‘ ‘ T
52 &. ORIREMM T O ()-8 HEHH 5 O KA HTPAHK OF
O PAH RS @R & 32472 Y PRIERT TR PO FE O R AR AL
1,000 km LA E & BEd 2 % B i o i
RICHEBPLT 52 Db REREETLEA L PAH O EXFHEIRILM G NOREL TEZZ L%
Bl & 2z L7 29,

Z D% ,2006~2007 FFRE D 2 FERIZ o 72 o THILE L 72 KRUZIE R B2 DU T PAH & NPAH(1-,
2-NP, 2-NFR) O #5#r LTz, ZDOFEE. KK+ NPAH BEH PAH & [AEkIC, D10 A8
~4 AHREIC ERT 228, ORBESBATEOAIRERZH (10 Aha~4 Ada) & —87
52 L (M(1)-9)., OmiEMMOZELKBMITHERILMTBERETHD ZENbhrotz, TR LD,
PAH L RIARIC NPAH &, A HEBIEH G N OME L CE L RO THL NI -T2,

30

(ngm3)

800 -

PAH (pgm™3)
~
=]

R IR

400

—_
=)

el
Mar
Apr
May
Jun
Jul
Au,
Sep. -

(4) v I 4 BMEHPLC-FLDIE DB 3%

2100‘ 60 12 60
!
1800 10 1150
o | (TT—
+ 1500 +
—~ = ] Ol | -8 ] ] 401
%1200 o | E fH
E £
o ' . |30 E, 26, ' = 130 5,
£ 900 4 2| I . ', o w4 2
- - P ERE-RIR = o ‘ o
< el 5l - = O | & 4T Ty ‘ i+ 200
E 600 .‘\‘v'. — ] — A - = 1Y o ‘N 5l (R 3 ““ { [
s N —1# R ﬁ © ol L‘"‘tr TN h'lo
S 100 =L L | 3 2 Tt e SRR et 10
= 300 3 I 1 4 PO = } ATIR, fi, LA IRE™) 1 |¢ l‘
4 '-..'"l ‘ \k.:,‘_‘."' LLH“‘W‘J"l‘ \ ~“.._ Ay
0 1R e e Y o0 L e oy e 0 0 i R A1 0
123456789101112123456 7 8 9 101112 123456789101112123 4567 89101112
2006 2007 2006 2007
(A) PAH & k.- IR 'E (TSP) (B) NPAH & K74k #)'& (TSP)
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- v AT LR (12(1)-10)

R 7 L-2130 (HSZ8AERT, A A, A A)
BT EF—T L-2300 (HSZ8AERT, HA. A A)
HOG IR L-2485 (HSZ8AERT, HA. AA)
DEES T A Inertsil ODS-P, 4.6 x 250 mm i.d., 5 pm
(GL-H A = > 2kt B, HA)
H— K7 A Inertsil ODS-P, 4.6 x 10 mm i.d., 5 um
(GL-H A = > AR A&t B, AA)
IHE F1 7 2 AsahiPak ODP-50G 4.6 x 30 mm i.d., 5 pym
(HEAE TSt K. AA)
< TSR
77 BREE 20°C
Tt 1.0 mL/min
B TER=FUNLK
A AV A==l N =7 AN
0~20 min 7 b= KV /L55%
20~35 min 7' =K VU IL70~80% (linear gradient)
35~45 min 7 h=hKVU/L90%
45~60 min 7 =K U /L90~100% (linear gradient)
60~80 min 7 F= KU /L100%
HOL R R
0~31.5 min Ex/Em = 280/340 nm Nap, Nap-ds, Ace, Ace-dj
Fle, Phe, Phe-d;q
31.5~34 min Ex/Em=250/400 nm Ant
34~36 min EX/Em = 286/433 nm Frt
36~41 min Ex/Em = 331/392 nm Pyr, Pyr-dig
41~68.9 min EX/Em = 264/407 nm BaA, Chr, BbF, BKF,
BaP, BaP-d;,, DBA, BgPe
68.9~80 min EX/Em = 294/482 nm IDP
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EEEEAMIC L BAFAEARRYE R OV IR NS B AL, WEAGEHI TSN U 72 PAHEE ¥ 5L o[BI & B
FChot=, £7-. LOD, LOQHBEFIEICHRTREBETHY . &IERE R KTPPAHSHTELE L

THESL T & 77,



pump 2

ultrapure water

pump 3

acetonitrile

Ao /\M integrator

j— D ——> waste

fluorescence detector

separator column, 20:C
(ODS, 4.6%250 mm)

\— guard column, 205C

(ODS, 4.6x30 mm)

concentrator column

(N
]
pump 1

sea water or distilled water
(+ 10% ethanol)

(ODP-50 G, 4.6x30 mm)

switching valve
waste

X (1)-10 BAZ L7724 > T4 »EMEHPLC-FLD Y 2 7 LA 2L
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(4) BAR¥EDOPAHEE

H AT O 4 M CERE L 72 R @ HE KIS DWW T, PAHIEE 2 bl 4% & Naphife b & » 72 (10~
25ng/L) . F7o. IBRPAHIZEITHEAFREZD BENETICON TR FREOFIG 3 HIM L, 682PAH
FITHFRETH o7, PAHIREE X = &7 ih/F (9.63ng/L) LV, HARRFE (7.67ng/L) OF
DR WE A 2 8 o 72,

14 14

Concentration of PAHs (ng/L)
~
Concentration of PAHs (ng/L)
~

o : SN
-EFEI- 4
(A) 20084 (B) 20114 %

X(1)-12 HAWE (HARDE) MOPAHEE

2008~20114E % £ T H AN AR DR JE/K OPAHEEE 2 Hl7E L., X(1)-12(A),B)IZiTZn o b
D 20084 & & DN20114F £ OPAHIR E A 2 ox LTz, ZAL K D . 20084F D J5 3 20114 & X 0 4 i
WCRERE <, Lah, WTILOFEE TS 3 BIEEIEANL OPARRBE R &G W Z LR b D,

% Z T20084F £ 7> 5 20114 FE £ C D H AR IR 7 K OVt 5 R 5 0 PAHIR FE D 28 (b % [X(1)-131Z
AL, ZhED . BAREBINEEOPAH ¥ 13X20094F (2 — BN L 72 AN R FEm &2 R~ Lz 2
EMI D, T OXRHBIROPARNE 20109 12 KR IX & 2 A3, A B AR R OPAH JRE LY
FEPZE WLV EHERF LN LA EmEZ R L TV D, — ., KT OPAHIEEIXHEAK LY
m<. K Eﬂ?ﬁ@@wmﬁf(msmm)i%L<ﬁ#otoﬂ%ﬁM’iﬁvf@#E®%
MR ILIAIS, TOFXFBERFHRO —DIFRILEEbNRTWS, LbLIEFEEFE TOLRPFIET, H
ARUFIZ AR S DHPAHIZ KK G Ll (REEMIR) & NFARETH L Z & 2HHE L2 X(1)-14,
BT, BARRVEOPAH NS B OPAH BEOHB L I1IFIF B L TWAREEREIX, K
FHED DX EWERIZ AT DPAHE N D, S LRI G HEH S D PAHE B L T4 #f
BEMEZRIR LT\ 5, [X(1)-14TiE. 4£M1,200 ton DPAHSS H RKHFICER SN RAEME L 2o T
WD, ZOHITIEPAHSO D RCIEE NG EN TR, ZORLABHAL IS SN D BLENA
%

UL EDORMFTEN D AARUERIEKOFTDOPAH REZEANRHA LN oTz, 5%, TOHEKOD
— DL LTHESNIEILOFMRRENLETH D,
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5. AFRIZEIVELNIZRE

(1) BZEHNESE

W7 27 O PAH, NPAH D FEA & R - WpE R 28T BT 2 i (KR5S 2010 47, ¥igrE (S 2011
FEET) OFT—2RELh, HELLAMLLTOHDRABO THLICH K, ZofRIT, 4
BOLHEE SN2 QM Eb 2R - PHT D12, FlziEA e )= 8 &HFoT—2N0n
VETHDHIEERLTEY, RIFEORIFTEENIRE WV,

(2) REBSR~OHERK

W7 VT REEO PAH, NPAH OFRAJOE W & ZOHEB O hIcHiskiz, TOE, FTnE
Tl BN 2 HH ORI NI OFES T KA D PAH, NPAH (54D ek # T K & A0 R 2 J8 48 L
el ENT—F ETEMToNT, —F, PETIEARREMZXSRPEE L FLERLTND,
S BT B A a0 PAH G B 2 EERHAE Z 91D THEli L7z, TORE, &ifDH
ARUEIT PAH GG 0GB B m R R b, £ORKO—>& LT, RILOYEH PAH & DD 135 2
bz, IHRLPEICLY, BB O E o, EHEMR S A 270G YBh kXK 23 A 2h o3k
RTxsLBZB20N0T, 5%, TOREDILH - HRIZEE DT,

6. EERLFEPFESE DRI
AAFSE T, D2001~20054F, @20074 K, 20104 I HA, HE, @E, =7 OfEE
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(Kanagawa) Prof. Sumio Goto, College of Environmental Health, Azabu University
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FERITIE T v 7 U BRERA & L CTHE4E1,000~2,000t 23 8 A S 4L, 19734 52 5 19864F £ T o B i A &
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—J7. FEICEWTIE e 7 U BERAR KO o7 oI IR Vv b iv, 199547 520034 £ T
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KETITERA L LOBRAE LTHEA S, #RAE LT 72Ty 7 T4, B K,
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AARIZEBWTIE, BEL L TEEARINTELT, ThUSoARLEDRE - EHIXSh
TV, —J, FEIEBWTEYe 7 U FBHEBXOME O DIt A b TE T Y, 1995
520034 F TITHUOtD~ A Ly 7 ZAREE I TV 5D
3) DDT

HARIZEWTITI948F I BFE L L CEMb S, fEE REERCE A& RF & LT REIZH
WH Nz, BGEIT19704E £ TR & . BFHERI135045,000t0 5 L, i AR (3598,000t TH S, 1971
AT BIEBRERA R L, 1981 I W E FE A BLHNES —FEr et EICREI N, — .
FENZIB W TIRIBS0FE I AEFEN B S 7ok, FITREE S L THW B, B EHAE PE &3400,000t
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DEFEHLTND,
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[CHIRT D, (2)—MXBEFEY . A FFEEY., ERBEEY XX FKIGROBREEFICREZESINDIH
Wk KO B LFEHT 2 TR O OB, Q)FEEMBEHF LS TORANICRES N
HZOMOTEIPOOIFEBERMPEHTH D, AARTIHEEL L TREINTZZ LTy, —T,
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RNBGREOBITHR ZHET D5 Z L EAES TER< BARMEHOPOPsOBGYLRILITIZ L A LB
TR0,

Z T, KBIETIE, Fox D7 V—T BT LMY 77U > 7 3EE 2 F v T R ARE O POPs
GYCR Bz 088 U, RAIE RSO REE (S FA~—) ORI EN DT OERIE &R %
oM T L2 LxzAME Lic, £/, AAREB~OMAENZ . POPSOEHENRZNEZ XD
N5 RILOPOPSTH YR A AT 5 Z & T, TOREEZFMT 5,

3. MR FGE
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RETICE2FETET., REAEHRKEBLZMANICHEE L. A EHKMESK
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DOIFEFA DO EM W A0 LEEAK S, KRUE, BET v XA ICAAA R v h=T7H o 7
T —Z&E L. H T A##EASB(ADVANTEC;GB-100R(¢90mm));. KU 7 L& v 7 5 — & K ONEM
k7 v ks OIFEFEOFMEMITHL8MP 2 BRIz, ThILDHE? IV, WMERITH ST
DE(2)-30 71— X PlitkifxiT o7, BT 7 LEXKQ)-40 L B0 @AM Gasm) 2
HPUFACF3ftat v kLT,
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Edb B A NN e e
oYYy The s — ME (£Q)-1) ZHRML, BICERD FETEEMELZIT> -,

#(2)-1 wal=2y sl ¥4 N5
BfI:pg/p L R ANE(50ul)
Isomer i=E(pg/p L) e xt E(pg)

13C-alpha-HCH 50 2500
13C—beta—HCH 50 2500
13C—gamma—HCH 50 2500
13C-HCB 50 2500
13C—heptachlor 50 2500
13C-aldrin 50 2500
13C—heptachlor_epoxide 50 2500
13Cring—p,p'-DDE 50 2500
8Dring—p,p'-DDD 50 2500
13Cring—p,p'-DDT 50 2500
13C—dieldrin 50 2500
13C—endrin 50 2500
13C—trans—chlordane 50 2500
13C—trans—nonachlor 50 2500
13C—cis—nonachlor 50 2500
13C10-ChlordEne 100 5000
13C10-Oxy—chlordane 100 5000
13C—Mirex 50 2500

(2) BIALEFE

PR E R A I S 1 (DIONEXFE:H,  ASE300) % v
T, RQ)2oMtE&tIckyv 72 by, YZua A X DIAET
M 217 o 7o, FHRITRMELEE (Zymarktt 8 TurbovapLV)
ERHWT, EFTARESFICL Y EEERE TREMEEITV,
A~ 10mIE Il 2 TR ERME AT o 72,
£ & BB 10mIZ ~ 5 > 5mI THVVIA L &
To7l, O UOEAKEES N VAEZEE LU 7L
% Z A (SUPELCO#H! 500mg SupelcleanLC-Si 6mIGlass SPE Tube)
XY os0mlTars o va=r7 Lid il EilkoiE

oK, HEY

ZIRIML, ~FH

50mITIEE LT,

#(2)-2 ASEfHHI&AF
Pressure 1500psi
STATIC 10min
(% ) et >min

Temperature  100°C
FLUSH% 60vol
PURGE 60sec
CYCLES 3

WHIRIZE R T AR EDFITEY . 100uliZEM L T, > U ¥ A3 7 MBP-101 (Wellington
Laboratories,Canadaffy 3C,,-PCB#101) # ¥R L 7~

(3) HRGC/HRMS® #l & &4
HRGC : 6890N (Agilent,USA) . HRMS:JMS-800D (JEOL,JAPAN) % R\ THllE %217 - 7=,

HE SIZ LT O
(GC4& 1)
1) POPs/H

EBY ELT
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Xy 7V —hT7 A o BEIMAY: HT8-PCB(E X60m. W£0.25mm, JFE/E0.25um)
(8%polycarborane-siloxane)
HEADRE @ 260C PUBHE AL ¢ Splitless
Carrier Gas He 1.0ml/min, 27cm/sec, Constant flow mode
FIE4M 120°C(0min) —20°C/min —180°C —2°C/min—210°C —5°C/min—300(5min)
EAE 1uL
2) PRV
¥y 7 U—07 2.5 :BGBAnalytik BGB-172 (£ &30m, PN£%0.25mm, fE/£0.25um)
(20%-tert-butyldimethylsilylated- beta-cyclodextrin in 15%-phenyl-85%-methyl-polysiloxane)

HEADRE @ 230C AOEHE AL ¢ Splitless
Carrier gas He 1.0ml/min, 27cm/sec, Constant flow mode
SR S 120°C(0min)-4°C/min-200°C (0Omin)-1°C/min-230°C (25min)
EAE 1uL
(MSZ:AF)
A B —T =—ARE :260C
A T PRIRE : 280°C
SyfERE © 10000LL E A A PIRE  : 280C

A F AL 600puA

A A ALEBE : 38eV

i EE : 10kV

B FE vy 7 ~2) (PFKER) 12 X 2SIME

HRGC/HRMS-SIMIZ X 2 E A A > & 3 (2)-312 7”7,
#(2)-3 WEA A

e WEA A o s—h
; A A TR A A EEmA A
o. B, y. 8-HCH 218.9116 216.9145 224.9317 (3Cs)
op”. p,p DDT 235.0081 237.0058 247.0484 (3Cy,)
op”. p,p DDD 235.0081 237.0058
op’-. p,p DDE 246.0003 247.9974 258.0406 (*3Cy,)
~NTH Y a L 271.8102 273.8072 276.8269 (3Cy)
NTHE T AT RE A R* 352.8442 354.8413 362.8778 (**Cy)
trans’, cis’ 7 BT 372.8260 374.8230 382.8595 (*3Cy)
trans’. cis’/ 72 /L 406.7870 408.7840 416.8205 (3Cy)
F 4R v 262.8570 264.8540 269.8804 (*Cy,)
Ty RY v 262.8570 264.8540 269.8804 (*3Cy,)
FXL LT v 386.8052 388.8023 396.8388 (*3Cy)
HCB 283.8102 285.8072 289.8303 (*3Cq)
TIRY v 262.8570 264.8540 269.8804 (*3Cy,)

ALy 271.8102 273.8072 276.8269 (*°Cy)
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(4) POPsDEER

POPs® i FE X NAE #EVE 2 -V CRER L 72,

EREREE AW TRERZER L., EERETOMEWE L 7 V) —2 T v 7 ANRAL 7 ORBEFREK
(RF) # (4-1) Bk,

WICRHRB T OBENEWE L 7 V=0T v AR 7O — 7 BEEO LS BRERIC XX

(4-2) THRHIEZRD, TO%, RMRABETEH L Z L THEMEORIEZFHEFE LT,
As _ Ccs

RF = —_— (4-1)
Acs Cs
o, A, Ccsi
*ﬁtﬁi(pg)—A—Cs e (4-2)
As : HEHERB P O EWE DY — 7 Hfl Acs: 7 ) =0T v T ANRA T OY— 7 HFE
Cs : FEVERUELH O X8 WH 5 (pg) Ces: 7 U= T w7 AL 7HRME (pg)
A RERBIR OXRME O — 7 HE RF : &R %

Cesi 1 RHFRBI~D 7 V=27 v 7 234 7 O FRINE(pg)

(5) =FvrFt~—fhr
o—HCHIZIEK(2)-512 77T & 5 e g AR BN GFEL, TN ZNORBIEERN R 5720, £
SOMMETARDL ZETT I RO LRBINTHEOERZMD Z LN TE D,
rm~v NI 7 ETRIZRHENRDIE—I% (—) | rbRiicshsde—2% (+) &L,

T TF A~ —OEMEZ RN TEET D,

EF=E(+) / (E(+)+E(-))
T,

E(+): (H)Dx=F v FA~—D ¥ — 7 Hk

E(—): (m)D=F v FA~—D ¥ — 7 il
TEFKDO LS 78 IKOHE, EF=05L 72 %,
F()-4ZART X, a-HCHOE A (+) BN v#I B2 0T, REnET L EF<0.5& 72
%, Harnerb (2 k2 & REHC X 20 iE (+) -a-HCHT5.44, (—) -0-HCHT16.94 & LT
%, Y

[%1(2)-5 a-HCH®D (+) & (—) ofbzkEd
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ST E LTI, GC/MS NI Y7 V=BT AL LTHMIZB—v 70T XA N Uk
AWk H 745 (BGB— 17 2, 20% tert-butyldimethylsilylated beta-cyclodextrin in

methylphenylcyanopropylpolysiloxane) # M35 Z L2 kv ¥ BMEERSH 21T 5 72,

#(2)-4 PRI (F)

Estimated half-lives for various removal processes, years

hydrolysis microbial hydrolysis + _
degradation  microbial degradation
(+)- a -HCH 64 5.9 5.4
(-)- @ -HCH 64 22.8 16.9
v -HCH 110 18.8 161

4. RERUELE
(1) POPsDZ m~ k& F &

BEME D7 v~ N7 T L% K(2)-61C7~7, (LBt : native, TEt : surrogate) [FlE (3B R 3
R =B L TR EINE YT a4 L0l LT,
Sample- STD N o (:: y " HCB / Average
HEB
4000000
2
z g 2000000
2
ooooooo 0 T T T T T T T T T 1
0000000 10.0 10.5 11.0 1.5 12.0 125 13.0 135 14.0 145 150
Retention Time (min)
Qe a0 '(im) Calculated Retention Time
Galoulated Retention Time
5 4 i
§ 2 3 o
13C68-HCH / Average T
] 13C6-HCB / Average
oooooo = HEB
z 2z
h 0 T T T T T T T T T 1
tos 110 115 120 125 130 13 10.0 10.5 11.0 115 12.0 125 13.0 135 14.0 145 150

Retention Time (min)

HCH (%£7>5a, y. B. 8-HCH) HCB



Intensity

Intensity

Intensity

Intensity

DDE / Average
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DDD&T / Average

0,0-PDE 0,p'-DDD p.p'-DDD
p.p'-DDE 8000000
8000000 6000000 ]
Z
7}
§ 4000000 | 0,p-DDT
4000000 E 2p-DDT
2000000 l
0 0
T T T T T T T T T T T T T T T
22 23 24 25 26 27 28 24 25 26 27 28 29 30 31
Retention Time (min) Retention Time (min)
Calculated Retention Time Calculated Retention Time
w w a = fa =
[=) [=) o o [=} [=]
? ? ? 9 ?
Y o o o a o
o a o o [-% (-3
13Cring-DDE / Average 13Cring-DDD&T / Average
ppPDE N 1000000 p.p'PDD
1000000 5
g
£ p.p-DDT
0 T T T T T T T 0 T T T T T T T T
22 23 24 25 26 27 28 24 25 26 27 28 29 30 31
Retention Time (min) Retention Time (min)
b b
DDE (£»%o,p’-,p,p’-DDE) DDD,DDT
9 b
(£ 7> % 0,p’-DDD,p,p’-DDD,
b b
0,p’-DDT,p,p’-DDT)
AldDielEndrine / Average chlordane / Average
2000000 Aldrine 1600000 trans-ohlorgane, MC-5  cis_chiordane
1500000 1200000
Dield =
ieldrine 5
1000000 g 800000
E
500000 w A 400000
A Endrine
A
0
8 20 2 2 2 2 o ‘ ‘ ‘ ‘ ‘ ‘ ‘
. . . 22.8 23.2 23.6 240 24.4 248 25.2 25.6
Retention Time (min) Retention Time (min)
Calculated Retention Time Caloulated Retention Time
| | | I £l b I
S
. E 3 1
2 £ 2 5 s ]
£ 5 £ < P = B
s E O T O 5
< e = = £= 3 5
13C10-AldDielEndrine / Average 13C10-chlordane / Average
Aldfine
trans-ghlordane
200000 . 2 100000
Dieldrine b
2
0 1A A Endine ) £ .
T T T T T T
T T T T T T T T
18 2 2 24 % 2 228 232 236 240 244 248 25.2 256

Retention Time (min)

Drin¥g

Retention Time (min)

chlordane



Intensity

Intensity

Intensity

Intensity

oxy-chlordane / Average

160000

120000

80000

40000

0

oxy-chjordane

T T T T T
204 20.8 21.2 216 220 224

Retention Time (min)

Calculated Retention Time

T
228

T
232

oxy—chlordane

13C10-oxy—chlordane / Average

0

oxy—chfordane

T T T T T T
204 20.8 21.2 216 220 224

Retention Time (min)

oxy-chlordane

mirex / Average

6000000

4000000 —

2000000 —

miyex

T
228

T
232

Intensity

Intensity

Intensity

T T T T
30 31 32 33
Retention Time (min)

Calculated Retention Time

34

35

500000 —|

mirex

13C10-mirex / Average

mifex

Intensity

T T T T
30 31 32 33
Retention Time (min)

Mirex

34

35

nonachlor / Average
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1600000 trans-npnachlor cis—nopachlor
1200000
800000
400000
0
T T T T T T T T T T T
21 22 23 24 25 26 27 28 29 30 31
Retention Time (min)
Calculated Retention Time
2
]
]
2
S
2
© b 2
P
S5 3
13G10-nonachlor / Average
trans—npnachlor cis—nopachlor
100000
0= T T T T T T T T T T
21 22 23 24 25 26 27 28 29 30 31
Retention Time (min)
nonachlor
mirex / Average
syn anti
4000000
3000000 -
2000000
1000000
0
T T T T T T T T T T
440 445 45.0 455 46.0 46.5 470 475 480 485
Retention Time (min)
Calculated Retention Time
13C10-mirex / Average
1000000 — r
05 T T T T T T T T T
44.0 44.5 45.0 455 46.0 46.5 47.0 475 480 48.5

Retention Time (min)

Dechlorane Plus

4(2)-6 HEEMED I/ u~ T T4
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WIZHEY T IVOHCHD 7 b~ s 7T LD f) % [K(2)-7TI277,

(BB K SRR, A7 B AR

HCH / Average

HCH / Average

alpharHCH 250000 alpharHCH beta-HCH
200000
200000
150000
2 2 150000
$ 100000 5
£ gamma-HCH £ 100000
50000 - 50000
bta-HCH
delta-HCH delta-HCH
0 0
T T T T T T T 1 T T T T T T T T 1
10 1" 12 13 14 15 16 17 18 10 1 12 13 14 15 16 17 18
Retention Time (min) Retention Time (min)
Calculated Retention Time Calculated Retention Time
1 £ i i £ |
T T T T
: I : 13 2
1
< & 3 < © & 3 -
13C6-HCH / Average 13C6-HCH / Average
400000 alphafHCH alpharHCH
2z gambesaHABH 2 200000 gambrataHBEH
G
0 I T T T T T T T 1 0 I T T T T T T 1
10 11 12 13 14 15 16 17 18 10 11 12 13 14 15 16 17 18
Retention Time (min) Retention Time (min)
J= 2o N 2pn
KRG ] WK B ]
S = N N —
K(2)-7 ERABOI/m~ T T A
AT - = 2in S N 2 =y S E=RSy
— AN KA TlZa>y > B, MBARE TIHEB>a>yDIETHREENZ UV,
KIZZF v TFA~—03Da—HCHZ v~ b7 F L% X 2-8)IC R~ T,
(e SRR UERORE . X 28 i KRR
HCH / Average HCH / Average
gamma-HCH betaTHCH
1200000 beta-HCH (1)alpha-HCH
(1§RlptahaBRH 80000
> o
T 800000 % @slpha-HCH
2 £ 0000 gamma-HCH
400000 | -
0 0
T T T T T T T T T T T T T T T T T T
20 21 22 23 24 25 26 27 28 20 21 22 23 24 25 26 27 28
Retention Time (min) Retention Time (min)
Calculated Retention Time Galculated Retention Time
| I | I I
é é x % é I
IT % o IxT % T T
(] T 5} [ T o [$)
22 3 I 28 3 I T
o £ ! aa € ! &
< ® £ 3 = £ 3 =
=g ) 2 S ) 2 ]
13CB-HCH / Average 100000 13C6-HCH / Average
> 100000 ] ey 13C-ganfa-HCH 13C-beta-HCH N - o 13¢-befa-HCH
2 g e R
: : i
E £
0 T T T T T T T T T T T T T T T
20 21 22 23 24 25 26 27 28 23 24 25 26 27 28

Retention Time (min)

%(2)-8

Retention Time (min)

o—HCHO =} FF~—D 7 a~x b 7T L

KRB CIX (+) o-HCHORE A L i< A, EF<0.5& 72> T 5
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(2) BERR
1) o7V TRA Y N EKE2)-9ZTRT,

2011410/
x1(2)-9 H TV THERA B
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20094 FE 1 X KRBt v 7

Uy KT REE R Y S | onachlors
chlordanes

Y= kD v (PP) | #RFFHEIE | heptachlors

. R . Endrin
RY L2y 74 —n (PUF) & S " STERE
WEMER 7 2V MICE ST Aldrin W SSHE
Fe 8, PRI T TG AT 2, = ki
VREIMWT T L)L L RS DDEs
MENLL B S, F it HT::
HMHE LN TH -7, 0% 20% 10% 60% 80%  100%

% Z T, 20104F FE ) B IXPP A
DYz HHEHE AR (GC-50H) [X1(2)-10 POPsDHi 1-HE & IR 17 HE D 77 (E &

ERWDZ L L L, K(2)-1012h 18 L IA T HE
DIFEEI A ZRT, TORER, 95%LL_ERVETFRE
ELTHFEEL TV,

2) WEEORE AR
LLF IO RS R E %2 17,

a) 20094F &

HCH® 2 J¥ /3 Aii % [X](2)-1112 78 L 7=, HCHsIX,
71~438pg/LO &I PH THE M S v, HIfEEE AT ds
L OML v 3 R P 51T F8 W TR R BT IR B S R
> 7, e
Dmﬂummmwﬁﬁﬁﬁéﬂgma1%ﬁ%i“". " T——
F, FHZH<1.0~46pg/L K (81.0~20pg/L D i &5 o
DGR SHu, BRI He T RIERAS i VOB IS
B o1z, WIEN: B THCHs, DDTsk & (°"DDDs ;
DPE LS i WO R R E O BEFEM IR IX [K(2)-11 HCH & 45 A
BRI TH -7,

(1(2)-12 DDT D5 4f [4(2)-13 DDD 3 £ 45 i
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b) 20104F &

AFA Th b Mk TR S 7 HCHs D K
W RSy AT & [X(2)-1412 7T,
72T B EIL T iR T 1323004220 pg/L D E T
RitEh, EHAETRbERE CTH 72, HAJHE
DR CTIEALE OB E 3 @ < . FRICILE AL O
W C13700~880 pg/LTH v | K FEHEWE 5 H A
i FeE 5 (55~ 140pg/L) | ¥ 7= P9¥fE (100~200 pg/L)
ICHERTEBEETH- 72, 1FE A EDOHET<100
pg/LCTd 5 H ARWEIZ bt~ T ALy E AL E 25 i VW 1)
WZhHDIERRALNERS T,

DDTsd % 55 vl J& 32 ¥k 7> © 4.5+2.2 pg/L TR
Hani, —J, dbE - D U JE R T
2.2£0.9 pg/LTdH v | K FEYERE D UFIH 3 R0 mIR E (% b
Thotz, BILFRETIZ, hboliLy b 0
BN 460492 po/L THEH S Lo, 2 i ) %
p,p’-DDDIZ DN T H AR TH o 72,

20094 £ D G A TIE, b v AL 12 & 2 i [E o0 Vg 1 4% 38 KR 0 Vg s © 4.4 J OV7.7 pg/L @
DDTSH MR STV 5, I & 2 B OB FEXIK O JEE ) &1L, DDTs, PCBsk 'PBDE 7z & 73
WEDEEETHRIEENIB VY, POPSOBREHEN/FESNA TS,
20104F B D A T 1L 20094F L1 E S 4 JE KIS I W LA X e 2 o 7228 . kF IR I CTIEDDTs &K Y
p.p-DDDREWHIIZH D Z ENphoTz, £ho, MEEBEORIZREOE -T2 1 HaIizo0n

TliIDieldrin®EED EH- & 507,

FIL Tk Tk, &2 TOPOPsH H AR DMK LV b EiRE CTHE S, ' THHCHs X O'DDTsIE
BADHNY L_XTHEMGEVIRE CTH o7, FETIE, POPs®DH Tt HCHs & (NDDTsD 4 i
ERRICE L. ERENHR O3B L V20% % HH 5, £, HETHEH S L7 HCHSIZ X FEE
oY yEMEOKBA (Lindane) D OMAEFE 2 E TR R INTE 2, 207D, H[EH
A OHCHSIZ X D BREEFERIIVIR OB G N Z N Z LR ES R TV 5Y

c) 20114E i

HCH, DDTSOEE/SNARIZDOW T, AIEERAE &L O/ E T - 7=, HCHIZ40~430pg/L D &
FH G S Av, femn i B 13 AR v B0 o JBA M C & - 72 (X (2)-16), o/Bit % [X](2)-15(2 7757, HCH
TRFAROM % X (2)-16 D /2 FIZ/R Lz, JFARTIZaEA RS KE D %2 HD TWD 28, @E., EkH
TIEHWEDENDLRERAE S & 22D, BIRIIM O BMEAR L D RKENMELS FEAE N, 1
K OKEH) THEEINDEENEZ V., —J, offIFEREN R KRB CREM@mX I T
LN, MEOESOWVHIK THIINEKIZEDL TS 5700, MENEL2DHI1ZE, a/plhidks
K 7pprEZOND, JbHFEFEERON0.15,16,17 D Hif Tl a/Brb 23l o 1S X 0 B & < 72 o
TWHDEF, ZRLOERICIMAZ, AR—Y 7 COWPERFERIZLD T L= )IInb DR ELEZ
FTWBARERE L H D, KB LN IE, HEERERICO > T3, AR L ThIEERFICET
ETDHETHILTWD, Thbb, LHEFEKO KPS EN 2 BMEERMERA LT bk S TE

FLBI
I 20

B ~LPHA HCH

B setA HoH

I GAMMA HCH

I oeLtAHcH

[X(2)-14 HCH®D & JE /3 A
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AFBIIBTDHWEHEERKORERES T
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W2, wE3IEOHREDER R OCRILICBIT 5 ENS,. DDDs,DDTs,HCB,CHLs % ("HCH
DR R PR FEFPH 2 [X](2)-18. 1912777, MEMEIXIR R, MEBEEPRMEERL TS,

BAEDEEICE TS BARDBEIZEITS
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X(2)-19 EiTIZH1T % POPsO KR4 Bl 2 i A
ASEOFETIL, EWE L HITE #(2)-5 7 a7 VAR OFE AL
FEFIPHR E DO TIEWHRTH - - chlorine component ratio (%)
2, HRE TR T 5 & B H ARJE Cls  a-chlordene 0.7
e . Cls - chlordene 3
WIS BT DML, HCH>Z u L 5 Y
ey = _ g C| B - chlordene 3.6
7 »JH > HCB>DDDs,DDTs O fiff [f] | s~ Cl,  heptachlor 4.8
bolz, £z, RILIZBWTIZHCH> 2 cl Cl, MC-4 03
DDTs> 7 = JL 5‘—‘ 2 ;EE >DDDs>HCB @ g 8 trans- chlordane 18
. . © MC-5 5.8
Hrrohnlz, 2L TRILIZBIT S Clg .
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TR EERL DI AR PIREE LD 1 MR Cl, MC6 15
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£Q)BIZRT LS ICEERD s o cis-nonachlor 4.5
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B LT, KT O E % chlordaneZ nonachlordf) 2 {2 DR E 2R L T -,
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3) EMAIC Xk B JEHEE

APFHEIC L VBB &SN HCHs @ o fi/y ROk Z2EE ZLic7 ey b L, (K(2)-20)

FIT Tk o a/y-HCH 1% 1.320.2 T&H Y . HCHs 28 & B TR S 7= db g db i (4.2+0.6) K&
OV [E A0 (1.920.6) L2 & RILTFIMIETIE vy KOBIENR LN & nnole, ZH
FTCOREMPELEGDOETHMT 5 & BARWE CITEE ML 251221 T aly Hidikd 9 2 f#H
MALNTND, ZhbDZ b, HETHEA S HCHs BNRILAZ & TlFEICHRE S, H
AWIZHEBEEEZTVWDLARRERD DL N Dholz, £, RILTFREN DR S
Chlordane %8 (Chlordene. Heptachlor, Chlordane % O Nonachlor) (%, & L 721X (Oxy-chlordene,
Heptachlor-epoxide & (8 Oxy-chlordane) D EIA N 1.4% CToH Y | xf 55 UF & 0 O 2.320.6% K& Y
AbifEiE - Y CJEIDWEE D 6.742.3% I N TR o7, DO EE | RIL TG AT L
TV EREZAYHT L\ Chlordane 20 D75 YR BSFAET 2 AlREMER B 2 b7,
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#(2)-6 H U (2010457 ~8))

(pg/m®)
BN~k R (FREE) | Semeligpoint
alpha—HCH 104 144
gamma—HCH 35 26
beta—_HCH 3.7 6.6
delta—HCH N.D. 1
HCB 558 1091
o,p’'-DDE 0.5 1.2
p,p’'—~DDE 74 6.7
o,p'-DDD 1.6 15
p,p'-DDD 0.7 0.6
o,p’-DDT 3.0 3.2
p,.p’-DDT 3.0 2.8
Aldrin N.D. N.D.
Dieldrin 34 32
Endrin N.D. 1.0
heptachlor 25 9.3
trans—chlordane 25 20
cis—chlordane 15 12
oxy—chlordane 5.8 4.6
trans—nonachlor 11 12
cis—honachlor 2.1 2.8
mirex 0.2 0.4
#(2)-7  wEME (2010459 ~10H)
(pg/m®)
BEYIL—R-KR (HRE) 1 Semeling poit )
alpha-HCH 25 20 16 18
gamma—HCH 13 11 6 9
beta—HCH 1.3 1.2 0.7 1.4
delta_HCH 0.2 N.D. N.D. 0.4
HCB 474 384 325 237
o,p'-DDE 0.6 04 0.2 0.3
p.p'-DDE 2.8 1.5 0.9 24
o,p'-DDD 34 6.7 0.3 0.3
p,p'-DDD 1.1 0.9 1.2 0.6
o,p-DDT 1.5 0.7 0.6 0.7
p,p-DDT 1.9 1.1 1.0 1.0
Aldrin N.D. N.D. N.D. N.D.
Dieldrin 13 14 8.8 8.7
Endrin 04 1.1 0.3
heptachlor 11 7.6 3.3 95
trans—chlordane 8.5 5.2 3.2 17.0
cis—chlordane 5.7 41 24 154
oxy—chlordane 29 0.8 0.7 1.9
trans—nonachlor 46 2.8 1.7 15.0
cis—honachlor 0.8 0.8 0.5 2.9

mirex 0.2 0.1 0.1 0.1
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5. AFRIZEIVELNIZRE

(1) BZEHNESE
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Fio, BITICHEAH LWPOPSD EIREB YN A i, £ 0 H AR ~A L T\ 5 AlRElE

DIRIE STz, HCHSIZ DWW U AR E B LI & A AR — > 7 Yk il & HEI S 402 87 LG e
DIFENRIBE I NI,

(2) REBSR~OHERK

H AR JE DM OPOPSIE Y~ v 7 2AER L, mIREXROHBEROH L =) 72\ LT LT
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ToRCRIT, R - YRR AR A E . (ICARM) 25 O [E BRA 72 BUR 0B 55 JEMEVE RIS AT 7 1
Thbd, SHOEEMOE=42Y) 72 RICERT 2720, EHAN, HEFSREITEBND
THREDIREH - HRIZEBEHTBY, XA FTXF TV VEBEFR2THLRERVWELEZED -,
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Canada @ Tom Harner fi+, k&> b K5O Frank Wania f§+ 5 S A2 TV, 2 be v
kN KZ @ Xianming Zhang K & 1% POPs O K& > 7'V v 7 OIKREMF TR E T8 - 7=,
INOLOMRITAH, RIkE=4Y) V72T 5BOERERBERMRLE o7,

(2) POPs O F v F A< —IZ2>\T., LR RIIEEIT72 > T35 Environmental Canada @
Terry Bidleman f# 4 & ARAF 2R 512>V T Dioxin2011 [HER S R0 L% TE R EZ 1TV, BF
Ferdi-,
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“The levels of Dioxins and PCBs in ambient air and the attempt of predicting the concentration by
numerical simulation technique.”
3) C. MATSUMURA, S. TAKAMINE, M. YOSHIDA, M. SUZUKI, A. YAMAMOTO, M.
TSURUKAWA and T. NAKANO: Organohalogen Compounds, 71, 2315-2319 (2009).

“Contamination of perfluorinated compounds in the river water of Hyogo Pref., Japan.”
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“Development of PFCs high sensitivity analysis method applied retention gap technique with
UPLC/MS/MS.”
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desorption/ionization mass spectrometry in environmental analysis.”
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MEOHEH A X2~ Y (REAS- POP)&U%’F%%{’?(MF@E%XT% & » e KA FImiEET T L
(RAQM2-POP)Z B L7z, TENCHIT M OPAHSOHEH A > X U LT T I2H1F H5PAHs
OBLPE D —FMEICT LY (ET VRO Y YEZ MR L7z, H AR -#EX T3 5 Benzo[a]pyrene(BaP)
TREE IR, PEACE ~ T CTHEH SAu7c 3 A ARBHRBE . A RIABE . A R O W) B is# i ok D BaP D
HNTBRLIC I DA F~FFIZ A L, BRENTHE SN 72BE ARk B IR 5 E

FIKTFT D ERmREhiz,

F 72 2005 FE DT VT HBaP D HELVEIL A B K NBER S & A RO T, HT ¥ 7 2k BaP
HEE TR BRI AME LA B ORI3ME T 90%LL HIXBERICIESE L TWD 2 LRy h ol Flkihg &/
BYEIL S B O, BRI W TIEEMENBIEDRIBEM Th - 7208, WBPE TITEgr: Lo 3iE
HETHY ., ‘Z’ﬂfaﬁf\@m&{ﬁﬁé%gwkmﬁm%aﬂﬂiﬁé[Sfi’ﬁ T, PR E N EE A E A R L
TWAZ ERRENT, BE, AARICBWCITRIEE & B+ %) N E%2 ERl-TEY .
R 25 SN DPAHS A KAAMBEICKERFEEZHO TWDLZ LB nhhoTo, HARMEHRA~D
BaP D K& LA ®IZ7.8ton/4F L B &L MK DAL TH 2 % BHEERCY 7 A4 2 N 7T T
VILEEZ R LTEY . KRKIEAE LIZPAHSHAHENEIZ L » CHARMIRICIEH S D 2 L2 RET 5
fER BB,

W7 7 OHUISR, WEERRIN 53 7o BaP Dzt . WRPEIL G B O R AT OFE RS RE, K
AW TCIEBAREHFEOFENFEMAEBL CEL, BE, BAR, BARW, L KEFETIR, £4F
ZIEHENLOHFER EFEITIRe T @E, BAPLOFEREH W LRI N,

[F—U—F] REILFE@WEET LV, 400 b, PEHFR ., KRIEE. A5 YE
1. IIC®IC

W7 T HETHIEOE L WVRERBEICL > TR F— 4R EN/M ALY, Zictbn Ak
BRBEN IR & S LD PAHSREZE - FEEIRE CHEH I N HPOPsD K&, 8, &4 T
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T ELHEML W d EHESND, ZHET, HT V7 OKEH 2 L IZPAHS, POPsD K&
BLA K OB T R & — v O3 AETRRATIFIE13 502 < {7 C& 7=, —J . PAHs, POPsOiii% - & fH
A L 72 RKCE 7 VAR gE I REBBEB B R KIG U mEE =% U > 7 -BINIL[FE 7' v 7 Z L (EMEP)
TRI%E L TV 5 E T /L (MSCE-POP)IZ L V) \PAHSR & A 4% o VIO RKAILA B IS T 5 &
EHEGOREREENRENTVSEY, K7 7 HIKICB N TiE, ZhETGISTHW LR S T —
ZICHESE KRR, WIS TOEKBOEEZER LI-ZEAER Y 7 2T ANMAKE I, BARIC
B HPOPsO KR BBIRIENFIM S WL TV DI, KAFBEZ BB L - kT T L ORI+
T TnWay, £, AFFEOTEEE 2> TWnd, HAREBIRIZE TS PAHs, POPs?D {5 Yeikin
W OLNCT H70iE, BT — 2 O TIXal A 0L 55 D75 Gkt LR TE ez,
BT — 8 &L BTN & OMABMITIC L > T, dbRT7T 7 20T 2 EA iR 21 5
DICTDEHEND D,

2. FEREED

AKY 77 —<TlX, 7VT7TRKIGENRE ¥ —0DHB L TEZTZRAQMET L ERX—X|Z, A
BTG Y % it G & O PRR L T KRUE ik & 7 /L (RAQM2-POP) Z B L, 7 ¥ 7 #ilkiZ &
2 R PAHS O HEH « Bk - P05 R K O B AR 351 2 WEEE~ D PAHS A fiif S O E 7 /L iRAT
EITHZEHABNET S,

BARRIZIE, 77 —~1 THARUEEROPAHSD 434 & BYREFEHTIZBE 3~ 2 BF 58 ) I OVE S BRBEAF 78
Fro7n—7FLHELC, TTAREICKLERET V7 Ml S ik & b A5 W E O HEH
it 7 2 =R A X b U (REAS-POP)DERKZATVN, ZHETT —F N AR+ T V7 #H
BT HPAHSO R ATRERZ TS Lz, £/, BT AFEIZHV 2 RAQM2-POPE 7 /L % 1 4L
L. B 7 Y7 HIBIZEBT 5 PAHSD K& IR E K OV - BEIR~0kE &4 IT3tE Lz, 20
RARER LY 77—~ UK VAT 7 OFE T TR S 4172 KK PAHSIR & D i 2170 E
TOVEHERE RO 1 E RGE LTz,

W2, BUHME & o ez & v KL 24T - 72-REAS-POPA > X k U K (NRAQM2-POPE 7 /L %
FWT, 17 U7 #IgIZ 315 5 KK HPAHs D REZE [ B 404 2 SR oo | W& O\RE i~ D Pk &
~ vy TEER LT, ZORRICESE B ARBIRICB T 2 KA HIET 5 PAHSD %5 %2 5Ffi L |
KL PAHSIEE « RIS 5, HE, o7, wE, BAND OFAERE GBI 24T - 7-.

3. MBS E

(1) AHBELDEOPH A X Y —(REAS-POP)DIERR 7 15

W7 V7T, FEZHPLETSEBOPAHSOHEH A X2 R U RV OB s T b0
D MR AR A AT DB RE O A R P UV IRERENTE ST, EF AT EIT O
T DI A THEH A X MU ZAERL L2 1T IR 720, PAHs, POPsD F B2 3 A & L T
FIRRA M7 E OB B, FEEICH T 2 HOMREE, BB SOk FEN D ORI, B
EFEHENEZONTEY, TN OEHE 7 ¥ =0 b0 RERHEHREITIR LI EEZ LN D,
Z T, AR TR, ESIREEMER - KEODOME I L —FIC k> THRE ST V7 #ilfiz
B HRKRIEYME P H A > b+ U (Regional Emission Inventory in Asia, REAS)IZ & % HE & ~
S —REHE B R T — X R /T VT MR A S RIS E R ERE0SE S Y v REOPAHsD HEH
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A > _ kU (REAS-POP) Z 1ERL L 7=, M (3)-LICPAHSDHEH A > X b U OERLFIE %2 B p9 1R
hﬁ_o

Database of PAHs Emission Factors based on Literature Research

l

U il

/ EF (mg kg! fuel)

emission (mg mg!)

/EF {mg km! ﬁlel)/

Ratio of PAH and BC

/

______________________________________________________

EL- Momhh Factor |

T

Stationary, Stationary,
Domestic Others

Open biomass burning

|

0.5"x0.5 "gnd,

Cn-road mobile

Emission for PAHs m Northeast Asia,
2000-2005 yr

[4(3)-1 PAHSDHEH A >~ b U OAER FIE

REASTIIMEHE B BASHEOEERERE 7 ¥ — (K, 1%, TOMOWEER, HKEAT.
ZOMOEETE) | THROBERERE Y ¥ — (RARYT VY #, @AmT Y U U (RAR
TA—BNLVE, BAMT A —BAE, TV UNRR T =B TilgH) KOTEORE '
78— (AR, AA, BN, 74— BB EI, EPRE, ZOMBRED SloaELTnd,
ABFFECTlE, 16T DOPAHs & OR21FEREH ONPAHs Z & %8 (B-0905-4, #(1)-1Z%M) & L. HEH

wmEEE LT,
ZPAHOHPEH EBITHEHIR - BBl 7 4 —Z Lz, XTEE L,
PAHPEH & = PEH4RE (BN EHER B S 72 13 EALETHREEY 720 o P B, SUEkE 2 R H)

X{EE R (RRHME ) &, BBV O BT, "W oRERE, REAST —Z 2 FIH)
PEHAREUINCK L OV 72381 5 ST (B 2 1E3C0k4) 2 V7o, BRI AR o3 ek o R 5 5=
HIZE W RESERY, WS OPOHHIFETIESTMAIEF RO TWD DL H -7, CHE
WD Db DITONT, T RAE, He/ME, A% H WV CTPAHSD R H R BE 2 3 4T3HE L 727,
FREABIMEE B~ L T2 T, AFETIHILRT U7 OFRfiiz Fv, bRT7T 7O
T = BENPEHREIC O W TR, MO HIBROEZ Fv 7o, A A~ ZERBEH Sk O PAHs D HE i &
IZOWTIE, HEHBREOT =2 RN b7 T v 7 =R OPEHA v _ R U nBHEE L.
fth D AR EL D SCEME DS D S DI >\ T, HEHEZ0E 22 LTz, 7&@1%?‘~§7 (EE RS}

TEZNTWAD T, ZFHIZHZHRTH72D12, SARIE L FEEER BITHT R X —4%
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BEOEBR» S/ ONDEEYE A EICRD T, AEOPAHEHEICHNT G bt FEi O BT
T o7,

W7 T HEICB T 2REIR, KKEEERoBEWC LY | JEHEEAEE TRES B D
AREMEREZ NS, YOI, FETHUHELEAEEE 52 TET AGHEEZIT o720, PAHS KSR
EOEMHEHMMBHBETE o0, TEEBKRKICBT2BEFEER L 7 % —2 6 OP R E
s e, PEIZAALY $100-1000f5 K& o725 7, - T, HARL BEBICBIT 2 BH I AR
Y7 A= b OPEHRKIICEMEZ AW, thot 2 X —2 b o R EuT, EER EE (PE,
e v7, 'ran, i) CuEE (BA, #E, A5) 1250, SEEOPEHAREILRE
w EEO100IC5%E L,

2B, NPAHSIZ W Tid, HEHIR « BbEt 7 % — 2 LI BERf I KRR IcHEi s h s =7 Y
LVEEHTZ Y OPHEZBH LY,

(2) AHIEEME O RKALFEREET T L (RAQM2-POP) D B 3 77 1k

RAQM2-POP & 7 /L (X3 st A4 A 7 — Bk %= i % € 7 /L T & % Regional Air Quality Model
(RAQM)?IZPOPsO KR 7 ut A ZEALIZb D TH D, RAQMIZ R KRG YM'E T H %S0,
NOy, CO, VOCs, NH S O HEMH . ik, Rk, IWEBMELZFAE L THY ., RAP OIS EEIC
. R EFERS R, A -7 v Y VBT AR AR RSB A A E T
W5,

RAQM2-POPE 7 /L%, RAQMET /L6 B o IS A MG U D3 4, Bk, BOG . E A &
A BRBEEZBRL TWD, x5 LT 25WEIX. 7HDpolychlorinated dibenzo-p-dioxins (PCDDs),
10 & @ polychlorinated dibenzofurans (PCDFs) . 5 f& @ polychlorinated biphenyls ( PCBs )
y-hexachlorocyclohexane (y-HCH) . hexachlorobenzene (HCB). 16 f& @™ PAHs }z ' 21 ff @ NPAHSs

(B-0905-4, #(1)-1ZM) Th 5, AW TIXET VRO W 2 EeBLIN T — # B3MFIET
%9 M PAHs (Flu, Pyr, BaA, Chr, BaP, BbF, BKF, BghiP, IcdP) ® 7 Z fi##rkt4: & L TH 0 . PAHSs,
NPAHSDFE/E, ik, OHZ P U /MIC X D H KRR, KUE W AE P OBRIZ XL 2 KT 7 vy L~
DPAHDO W, # Ml L ORI EBRERBE I N TN D, 2B, BIEBETIIRAT TERT D
NPAHSIZ DWW TIXEE L T,

T2, TETABEOBEE T, RAQMET A b =7 u Yy Lokifk, LMk, IREIRE, BE
KEaBELEZT 2y LETIIV(EMTACS) DL, EMTACSO =7 B2 Y )LE Y 2 — /)LD
RAQM2-POP~D# A iAIr, KRG T T 1Y )L ~DPAHD WA BFE, ML OB S BfE D HE %2
TV, RO EENBEICHETE LI BE AT T2,

RAQM2-POPE 7 /LI LFHEET L TH D72, [URBGHIMORRET L6 52 2 LER b
%, &R 21X Weather Research and Forecast Model(WRFE 5 /L)DVer3. 0% H L7z, #1H#] - 5
S 4412 1% . National Center for Environmental Prediction (NCEP) oD f# 3 0% B 155 i I o> 4= BR % 47
(NCEP FNL ds083.2) & fi F L7z, 3Woc/illn, BEUH, Uk, MME., EARGH. FBAKHEE, Bk
HERCOIRMMEALEH LT, bFWEFI R AT o7, T ABEBIZIERT U7 &2 3—1LTH
V. KRS F-TEBR 1360 kmT90x602" U v R $RIE T AT (T WRFIZHI £ # 7)> 5100 hPaZ i & T D27
J&. RAQMIZ10kmE TO12/@H > T\ 5, WRFERAQM®DAKEZ U » RIiZHL@7EN, $hE 7 U »
RBSE 72 5 728 WRFET /LAE R %2 RAQM-POPIZ i I3 2 A I IX g ENTR 3§ 2 LR & 5 23,
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FOBNTA U D EBEAREIE 1T Mass Consistent® 7 /L &2 W TREM L 7=,

(3) EFNLVEHEMEE RKBH T —% L OB S L

YT F I TERKEI A= NG L PE bR, vy 7 - 75042 by - S,
HA « fEXICR T DPAHSO KK EBLIN T — & L PAHBLAI M SIS i bITWET AR U » KT
— X L DOWBEITV, TET AV I 2 b —2a VORYEERIEL T, 723, 60km D K ARG E T
FRERTERVWE D 22 LEOBIMAIIFE LRV &6, ShEFFICIEET Vi FE
D7 Yy ROE % I o, el G oo HIRIE ., BT — & 3> TV 5 20054R 125 B LTz,

(4) PAHODRKHBEKR NKRKILE &BFHE & RERFH M HiE

REAS-POP & ("RAQM2-POP D %4 1 % flg i #% . 20054 DT 7 7 Mg (Akif#20-508, A%
100-150F, [X(3)-22 M) (2B 1F HDPAHD R H IR E K O RKILE &t R 217> 7o, Z22f), REfHfig
BEIZENEN0SE Y v N I TH D, FEHIZ L (% :12-2H, F£:3-5H, H :6-8H . ¥ :
9-11H) ICIREK LA RO FEEEZ RO, FEHLHEZELZ L, ZNOLO/RRICESIE, KK
HR R VKRR A B O HUsk RS 3t 9 2 R AETR T BT 1T o 7o, AP K OV K H X 5 & X
()-2lz77 9, FEALE, PEPRE, FEEH, Ko7, @E. BARO6 #ilkicirid., FhE
LD HE > B O HE H B 2 20% M8 L7288 & L2 W R KA R B K VR AR5 B O 2= 8 O 5% E
T HE s B DR AR F G- % BRI L 72,

55N

50N 1

45N

40N 1

35N 1

30N 1

25N 1

20N 1

90E 100E  110E 120E 130E 140E 150E 160E

X(3)-2 RAQM2-POPIZ X % fift HT Ik & R AR = X Wi X 4y

4. BRERVOEZE

(1) LT TITBITFDPAHSDEEH A X Y

2000-2005 FEDFAEIZDWN T PAHs OHEH A v U ZER L7z, RIETIX, €7 VIO
*E L35 9 FD PAHs (3. (2) HZH) 1Ko TEZT 5, K(3)-3 IcfkEM7 PAH ThHD
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Benzo[a]pyrene(BaP) ® 2005 4 D4EH - ZEFEidkH o fi 23, FHZ i U CHELER, P EHRAL
HemOWPEHEZAZ R L, b FEFWEE, SMNE, WA e o7 @ELKOH RO KEBT
WZOWTHHEHENBIREWRE o7, £, K7 UTIZHIT 5 9FED PAHs D4 [ HE
HEIZ105Ggyrt E R EN, 2RO HEN D OHEHEIT 9.3 Ggyr! & 90%LL L& 5o Tz,

ZHIEZ R D E AP EOFELM G ~FALH T TEML TV Z &b, AZFOEREH AR
il EIAINCPE D BN FH TETWHEZx oD, IR - Bt ¥ —Z L o E
AL E, RFEEICBITOARREE 2—7 XEEJZ&C%:EF@% BHigm A, EhE K
0% b RERTEEATR L, ZOMIETEHHOREIZE T 2NA FTREOREO TS b EnE
N 10%EREDH 7=, fthod PAHs (2oW\W T[RRI, —;‘&%TE IRIT DA, SA A RE O BREE,
R O W E R HGEE N TE AP TH - 72,

2000-2005 4= PAHs HEH B O RRAEZ(LIZ OV CTik, BbF O 4 Tid 2000 4F 12 kLT 2005 4
13K 15%HEH BN I L T2, F72, 9 FED PAHs (22T, 2003 D HEICE TS 9 FED
PAHs O HEH 13 8.0 Gg yr* & B &4, 2003 4F & b~ T 2005 4E 1349 16%HE 1 L Tz, HFEO
Whe 77— ZF s sk 7= 2003 42D 9 FE D PAHs O EAHEHEIZ 7.1 Gg yrt D TH v . AR R LR
—HLTWEZ e, BRFETER LA RN MV IERYETHD 2 & 2R LT-, 2006 4L
Bl oW T, IEEET — 2 NENTZHA Ry MU RERTE 0o 7228, EFEIEHEICE T
%% LOWHEHIIHIBOR . SR8, MM Eo Bz L0 iGRmEP RN EN D L Tnd b E
b TBY, MEICHRTPAHs OHEL /NS Ro TV D AMEEDLEZ LN D,

2005 Annual BaP emission(mg/yr/m2)

2005 MAR BaP emission(mg/mon/m2)

.
k, 7 ' e
FRPHHE
) [3
90E 100E 1106 120E 130E 140E 150E 160E 80E 100E 110€ 120E 130E 140E 150€ 160E

Lonaiiude Longitude

20 ¢ 03 | 3 2 04 2 0 B
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2005 JUL BaP emission(mg/mon/m2)
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Emission, BaP (mg/m?2/yr or mon)

X(3)-3 AL 7T ¥ 7D BaPHEH B AT O ME (20054F) KO
ZHifE (FZ  20054E37 . EZ& 7H., &AF12H)
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F(3)-LIZFHDOPAHsD FEBFEMEELH &R O T ¥ 7 2B i 2L = A PAHE R BEH & % 7R
T ERTIEHFEBET T OKE S (92%) & o, e (2.7%) « He T (1.8%) Hf
&, M OEOHEH EIX0.5% A T d - 72, bR TILFIu (21%) . Pyr (18%) . BaP (13%) .
BbF (13%) M%< & 57, 7o, FEPEHFIEE CRELL R PE, Ko v 7, LilkE,
B ANTIEREEICS T DA RBEE (11-61%) . 7SA FEHRBE (4-43%) & 22— 7 RAERL
R EAROYEE R (3-37%) NEBERERE LY He o7 LE 2 ANTIEAAL A~ AR
BEDFEMRKB0% & RERENIGE iz, —FH, #E, AR, B8 TITABELK (35-68%) 28
REREEGEZ LD, HETIIINICMA TLEES (32%) . AROYEER#RERE (15%) . —
WFEREICB T DA mRREE (11%) bFEERKE LT,

#(3)-1 9 OPAHsD [E HIAEFPE & L O T ¥ 7 21 %
LRI PAHAE R R & (20054F, Gg yr™)

ESE4 9PAHSs 4 fH] HE H & {b.5Fe AP TR H

o [E 9.6 Flu 2.2
= 0.19 Pyr 1.9
b5 0.29 BaA 0.9

S V=) 0.021 Chr 0.93
H A 0.02 BaP 1.4
[ 0.02 BbF 1.4
w5 0.0028 BkF 0.52
BghiP 0.59

lcdP 0.75

(2) EFTNVHEMLEXKIBUT —F L OB R R Y EREE

[X(3)-41Z 20054 D AL 7L & OVEE R IZ 35 1T D PAHSIR £ D RE R A2 b 2 7~ 97, MR TR S 7
PAHSD 9 5, 48 CToH HFlu, PyrOREN R L E -T2, WHSICE T 2 E 7 VEIZENNME & 4
—HLTHY, BT /VITEORKAP L & ZHEMTH 2 B AR RHE T O/’ 02241 O 3R =%
B<HETEDLZ 0007z, LR TIE3AMNLEA I CPAHBE N L TRY . EH
IZB T HAROEHEOHINC L HRFHAE 2 B T& Tz, 723, 3H15H-16H £4H6H T
BB D KN RKREL ol T ORHNTITEGE 2 G5 < B IRPAHBILE L 22 o 72 72D TH D
EExOND, 20X, AR TE—HOT — X TR 2K G L MR O 8 % % 1)
L7, FBMRE NS &R TKRLS 2> T 5 2% (r=0.30-0.58) | 7 /Ll & BLHE O FE[E £
IR E > TWV5D LRI T& 72,

RBRICBWTIE, E7E, BlEE bIc4 s, EROFHEHEZRLTBY, T VIFLAE
OFEICEBTIEmWHEHE S FHEAIC L2 AAR~OR%EZ BRI FHTETNDL I ERNSoTz,
LR L R THREEOHBEBREKITE > 7228 (r=0.73-0.87) . AEXR 1T g H SN2 B9 5 72 D I Bl
S JE D DN/ E <, 60 kmIU T OEEMECHAEINDIET MHELBRHEN RS Aolc & 2
55, Flu, Pyr, BKF, lcdPiZ DU CTIE Ml O PAHSIZ L R CTHIBIAR ENME 22 - 7228 . OHT ¥ 1 L°NO;
T VAN E DRGSO K D o fisfe, R IR 25 R oML E LR MRS I L D RKABREBRE,
HA =R OHEARE L EZ2HET L., LOEBEBIETEIR/MRHLLEE LN,



B-0905-56
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o] tFlu r=0.79

—— HAlE —o— ETILE

RKRHFEE (pg m3)
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(3)-5 20054 FEDHIE b, vv 7 - 0T VAR N HEE - ZIUEKTEAR - ERICBT D
PAHSIR D E 7 L L BLE O e (b, v 7 oA A b7 B FAE, 6
T 2 R, ERITET E S BIE S 1, BRI 1093 D1 E 721310 % R

. )

X(3)-5(220054F D H[E - Jbit, v T - I VAR #E - KUK OCHAR - ERICBIT D
PAHSHE O 7 /Ul & BUIME OAEB 7' 2 > b 2R3 K& I B 1 R BB 58 A R Hh dgk | u%¢5
mchkbm <, BT ETZ Y74 A N7 EIUTIHIAEROU10-1/1000EETH V|
ERHI AL E T 2B TIEY I U4 R M7 &2 ILD110-1/100DE Th > 7=, BT —% 13 F
TET 29FIHDOPAHSIZ DWW TR L TAHA D E, VI VF AN DN DNDT —Z ZRWT, W
DOEIXL/10-10F LN T—H L TWiz, I V4 A M7 TETFTAEN BN CTH - 2R EIZ DN
TIE, BV TICBIDIEBET — X ORENSHRKE NI &L PAHSOPJEHRE RS LT, fh
DHILDRI A HZ TV DIRENSICED LD THDLEEZOND, HT V7 OPEHIR, #R i
B N OV B ik © 2 7 A L BUAME M S > T2 2 v, BA% L 72RAQM2-POPE 7 /L 1L,
W7 T2 HT DPAHSOHE . R ERBER X 2 fHI A 7 — VT 212H 720 .+ E % F
LA TWD Z & xR LT,
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(3) BR7P7RUORHAAREBHRICBIT APAHSO KKEBERVLERED I 2L —v 3

PAHS KGIRE v 2 = L— 3 v DO 4 % MEE L 72 REAS-POP } (’'RAQM2-POP % F T, 2005
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ELTWD HARMHADKKILERICER T 5 L. WKDOIARDTH LB Y Z7 04 A2 K
JECRERMEERLTEY , KKRLHE LIPAHSMERIZ X » CHAWERICIE SN D Z & %
RIBTAHRERNGE LN, £7-. AR ~DBaPD K& bE EIL7.8ton/E L R S h iz,

HAZEOBaPDOILA BT DWW TR, BMELA ., AL, B0, dbat, 1, big, Rl
LFOPREOKREBT CREREN LGN, B, BAREBOME, BARTIEIRAE&EDIETIC
YIpino Tz,
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D REP TOFRBEME O BRI 5058

BIRKF
IR IRAEAT R R WA LA SRR S
B H AR AT e o & — I SRR A (5T

21 ~23 R THEEAE : 15, 83 2TH (b, VElk2M4EETFHRE : 5, 08 9TH)
TREET, MERE L&,

[EE] ZRFFEBERILAKFE (PAH) FHOKEELIK (OHPAH) % / 1k (PAHQ) (TS %K
0. EES AT WM EERES L, B Rktwo-hybrid?: (1 X % PAHE EAK O N 2y Wi ELVE A & i
Hr L7z, OHPAHK O'PAHQIZ DT, TMSFHERZ I E X 4 &+ 2 H &5 8 (GC-MS/IMS) 1T &
LT EOB3E & FhE L, 30FE D OHPAH K O 20FE OPAHQ % & & « BN o35 2 &
ARE L 7R o 7o, RKRABIZHE LT & 2 A RBEF THIO TR AINTZLEW % & 10 16FE D OHPAH
KOS DOPAHQZ [AIET 5 Z LIZEI LTz, 7=, BERtwo-hybridik %z H W CHE L 7-PAHEH O
PN o3 WA ELAE ] Z AT U 72 R  PARIZ N 0 AR ELIEPE O W T L b /R &2 03 (W < D72 D OHPAH
JFOPAHQIZ= A b a F U ERIEMED D WILHI= A h e Uitk 2 Rr4 2 & Lvb —HOPAHIRE
KR VBRI, 2 OWEALZ R EOEEIED S R — OEARBMFIC X D TR KE N
EEAM L, R, NOWHEERZFMT 272000 yaazflnWeT v A ROBEE
ITW, BFOvra L) b FFEMRE X EMROEERNSWHEEY R Z WS 2 LT, @
WoOUwa b U CORE 21005 B B35 2 Sk Lz, BIRLEHA Y e 207 v A
FaEHNWT, =X b OERZERKRT L& BAEY e a5 F M & ORE#MkoiE S 25%
WrBEaX b EAEENLLS, 10 MU EOKBEOx X ka7 v PAHG E (K
(4-hydroxybenz[a]anthracene:4-OHBaA) % i T& 7z, S HIZ, PCBHIZ= A a7 U HIEAN &
D, EHIEPCBE XU X allELETHL, MERT OV T NRENSEL T, AOFREL ML
LTV AREMENHB Lz, 5. AEOMEA FOPAEY O k4% L, & IS CHILL
RO OOHPAHZ HIE L 725 B i@ ICHE O & 5 OHPAHIZ - W Tl oo Hi I8 o fa ki &
Db EH R RENMENZ E R T,

[F—U—F] =2 b & 9mi, Bitwo-hybrid7 v &4, O e a7 vtk A, AEOMN
HH OPAHLH

1. [FC®IC

NOWEEME DR VDb H{ILEMD—>L LTPAH ERHE S TWS Y9, b MIFEFIC
ZEOPAHIZIZFFE SN TWD MR D 5, Bl 2 X HARANDEA . benzo[a]pyrene D gk #% & (X 4R
K& 5200ng/H, BE (1H15) 205200ng/H EHEE SN, XA A X OBBREOLHEU L
2%, Fo BEHEIERFEEZAETHALONELL B FORBEICHEEL 525 ERH 5,
—Ji. PAHMEIFZFMICE N TRV, 1997F1AICH AR CHRAELZX VI —TF K MBI BOEM
PEHER T, MH L KREOEMICL AMFELEER~OFENGE I N, UL, £5EICHE
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DR EINTeHmETR, B LeAICHEF M NEE SN, TOREMTIIRHO X F
TH D, PAHIZT Ubng Ralh—R U2 FAR(ARR)ICHEA L. cytochrome P450 (CYP) %7545,
FHEINZCYPTREH AR SN TZE SN DOOHPAHIZ= A b v 7 U Z FIK(hERICHA L, Kithdk v
F2LABRICEM T 5 THEME 2 RIR T 2 AN H 59, T 2 TABIE TIE, REAPMBAKICEENS
PAHFE SR 2 I E T 2 T EOB R 2 £ L 72, WICPAHFE K O N o W SLIE A %2 B R~
two-hybrid7 v &4 T L, o v maz W7 vt A R&B% LT, PAHEO ZEZ 57 L |
PCBIZKI T 2/ER Ll Lz, S OICHEEMOMEN FICPAHENFEL TWD Z & 2B L,

2. BHAEBFEXEER
AW FE TIZOHPAHRLPAHQIZ FE A & 8 o THOMTIE LN AR ELIE M O JIE . K O 07 RS
B L CaFZE 2 306 L7-, AHFZEOMFEEE % UL FIZRT,
(1) EESP %2 HOTZPAHFEEAR (OHPAHKX 'PAHQ) D43 #rik d B3 & F23kk~ o 1
2)  EERktwo-hybridi:12 K 5 PAHE O PN 43 Wk SLAE A o fig i
3) BAveazHWEEKELRT v A RO
4) AOEFMIE KOS ML &3 5 PAHRE EK (OHPAH) K O'PCB¥E O 1EH
5) MWPEMD I HICE 4D PARED ST

3. WFZEBAZ G

(1) BEHHr%E AV 72OHPAHK 'PAHQ D 5347k o B &

OHPAHL, WAy LG PP BR BT o D HEE AL B 5 2~4BR OOHPAH28TE 2 % 5 & L. PAHQ
(ZOWTIZI~55 OPAHQD AR MEY E 26%H 2 I iEXf 5 & L7z, OHPAHIZEH#ETMSH H kL L T
BhE L, PAHQIZHiSH & P F A AL A R — LTFE F CTMSILRE Z I 2 THERI Lz, NIEEY
B L TRERMAERIEEY (ClaFE 72X EARFLAR) 2 72, OHPAH M O'PAHQ D MIE 1213,
WL D ThermotL #GC-MS/MS (TSQ Quantum GC)> A7 A& HWWiz, 7 L1XDB-5MS (60 m x
0.25 mm i.d., 0.25 um, J&W) Z £ L, 50°C-310°C (25°C/min) OFiR 7 v 7 F A THMr Lz, =D
fOGCEMIX., EADIRE250C, A7V v hLAE— R, HEAE] pL& Lz, MSE&MIX. EIE
— RN A A UPRIRE300C, (¥ —7x—RARE280CE L, A A MLEEITT0eVE LT, 1A
YORHEIE, MM FE T A F L LTRbEBEOEW T XY MM A EH W
SRMEt — K CTHl &L 7=, A#F I THWVIZOHPAH & ("PAHQ % UL F IZ x93, OHPAH :
hydroxynaphtharene (OHNap) 2f#, 2-hydroxyfluorene (OHFle), hydroxyphenantherene (OHPhe) 57,
3-hydroxyfluoranthene (OHFrt) . 1-hydroxypyrene (OHPyr) . hydroxychrysene (OHChr) 4 F& |
hydroxybenzo[c]phenanthrene (OHBcP) 57 . hydroxybenzo[a]anthracene (OHBaA) 9f&, PAHQ :
1,4-benzoquinone (1,4-BQ) . 2-methyl-1,4-benzoquinone (MBQ) . 1,2-naphthoquinone (1,2-NQ),
2-methyl-1,4-naphthoquinone (MNQ) . acenaphthoquinone (AcQ) . 1,4-anthraquinone (1,4-AQ) .
9,10-anthraquinone(9,10-AQ). phenanthrenequinone (PQ) 2f&. fluoranthene-[2,3]-dion (Frt-2,3-Q).
1,2-benzanthraquinone (1,2-BAQ). chrysenequinone (CQ) 3#&. benzo[c]phenanthrenequinone (BcP-Q) 2
T, benzo[e]pyrene-[4,5]-dion (BeP-4,5-Q). benzo[a]pyrenequinone (BaP-Q) 67,

KA CAREHI R KR FAM T v A ZAARBEMERBLETAARY 2 — 22T —H 7
Z — (SHIBATA. HV-700F) # i L T. 1000 L min™ o & T4 Flife 7 ¢ L % —(Pallflex,
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2500QAT-UP, 8x10 inch) FIZ248F M & & (T L7z, WESIEHE & L T 1-OHNap-d;, 3-OHPhe-"*Cq,
6-OHPhe-BCeZ I L7127 4 NV Z —\Z A T-th., Y7 nnu 2 Z T2 @BERmE L., itiis A
8 L7z, K IZn-dodecane (S0uL)Z Nz, 7 B A X U Em LT /NR L —X TERIZEE LT,
PR ~%H 2 (10 mL)ICEE L CT~F % &2 L TP L 7= Sep-Pak Plus Silicah— hVU v ¥
WCHA LT, I—FU v T Z~FH 2 (10mL) THEF LIk, ~F 3 /EEfE = F /1 (9:1) CTOHPAH
EA— R v UnbiEH g, BEHEREZMET Y OLATHAL, BTN U LAERELT
MHELTNKRL—F CTIEEEZREE L, %2 Fvxoy (200uL) THIEM L, TMSHERICE
#al 72, OHPAHOTMSFHER 2152 72 DI B IR(LAIE & L TBSTFA+1%TMCS % Hlv 7z, ¥ L
AFREF O RIS B ERIE Bul) ROE U Y (5ul) Mz T80T, 304 MMmeEnL 7=,
PAHQIZ D\ TiZ., BSA+TMCS+TMSI(3:2:3)Z TMS{Lak 3 & L TH 7=, K % Ultrafree MC (2
URT) THE L%, 1u LEGC-MS/IMSIZE A L7z, [A—®OPM# R IZ >\ CTREHR (Toriba et al.,
2003) (27t > CPAHZ T L7=,

(2) EERFtwo-hybridikic & 5 PAHE O N4 W ELIE R DT

PAHQ® N 45 s 7> < &L O A & % fi% REtwo-hybridiE 2 AW CREM L, =X b a 7 U RIEEIZ DWW T
Bt %t (17B-estradiol (E;) 100 nM) @10% LA E @ B-galactosidaselEtEZ /R L7z b D & IEMEH D |
Pl 2 b 7 AR DWW TR EXT IR (B L nM) OIEMEZ20% L, B3l L= E 2 TEMEH 0 & E
# Lo, RBEWE (1uM) PRTIEEOR S & MR OTEMHEIS T T 2 FxHE (%) F 72 i3iE
PLE OFXHE (%) & L TR, #EIEHEMEOMNT 21T 0 DI HEMEDEVWE KT /NT
A —2%& & L Tlength-to-breadth ratio (L/BLL) & BA&ITK T 2KBEDIEDENERT/NT A —
4 & LTO-H distancez i 7z, 26 RXTF A —XOFEIX, 5 TET V27 Y7 FCAChex fiv
Tarta—#—Tir-7 (Worksystem, FUJITSU) , £7=. T OO /T 2 —& (E5r B,
Bl A A= Fx X — W E— A b, logP) IZOWTHEHAEEZ LT,

(3) ADEBFMBEOCHEMBICNT2PAHEOERZMENT T 2BRERAAA AT vi(4 DHA
%%

EEAOYa aDEAREEX, 1 Hag—F oo IR T —Fr bong Rax v
TN S5 EERE CAKLE) o @bk sd (K4)-1) . 2L 7T, BEEORMmITHK
il A & B 2R 23 3 AE LT
BO . WRINAIRAL - EEE
- BR#}EIT>TND, F
fo. U TAFIET DA A
falx, 2 CERRBLBES
N0 v b OWE R & R
DA & A FIEE A2 o
ZEWRENTWDS, — i
fbo LT, B TR ORI & @A RO 7w = R
2 - ®E. SAEfos RO TE I AR LT E R O I 2 & i 23
R L a (R © JHELL B ROBEAULS ICHR#ETS TS,
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b5, HHEAOKRHIZHD THIBEKT, bR, Bb2, MNOF L ELE TSN T
WS, AR EEOER (FE) 13, BENICIEFE Lotk L2 iR ok c, zox
FRAIENA Rad v T % A4 N CTholo, HEBEIION THEAEZR TR (=BE0/AH)
~EHET AN, CORBTHELEAEE X, Il TIEEES & LTHERY (KR TIXESER
i@ EfbodicvrnalthoztBZB 2N TWD, £/, FATIEHEN, AN CIIEE (B
HHALE) bTELEIIChoTe, ZOXIIC, VnalTHKOEROFHaH CThoH R T, I
LA BEBR R WL Ch D, MBEO Y e 23, BEEMEE2 T 2 8 CHALHOBHEE T % O RIEE
ZRICEY, Hag—Fr bR e . Hag—Fring Raxo 7884 bbb
FIRILED ok EkE+ 5, %
LCHKLED Bz, B L
R f 23 377 L RN IR Ak
2R DB RO B ML XD
BFRINZIToTWD, ZOXHIZ
va il 1) YAk
ERRICERRE RS, 2) e
B ix & b & [REE O MR AE & & E /
MEES, W= HERND S, BAEDOIDALPEE BAEDOIDOTRAPE
Xolcy e aEEAET S E N X(4)-2 BHEYRaDOT NI T4 AT 7 X —EYE (ALP
HSHEMAELD, BAYnang R KOEARKHERY + A7 7 ¥ —B k6 (TRAPSR
HHBEOENNE S . S IcmkEg ) BEUvnalvEEY o aTR ] BREKSHTE
MROFEE L@y (R@)-2) , % (3 SEEEREY) .
e aZEREATTELTWD
BETNLVTCHDL, TZTAMAETIE, ZOFEYrazHW T vy®Af REMB L,
WK DX > X 2 (Carassius auratus) z Ml L7=t&. mlo v az 48 7 Db, fiAEME
(Z7 V=V Fa—R) ANYOKTHEE (26°C, 14 H, BIH 12h/m5H 12h) + 5, o, fFH
Kid, R UBFTORZMHT D, Z0%, FoXa2BORBL T, FEYvoaz Lt EZRICHD
72o HEPES (20mM) (pH7.0) X OHIAEME (1%) Z&iesi (L-15 #5H, Invitrogen) 2 E;
FROGBRWE (10705 10'M) 2L, E MmO rEREE S U Ol A BIRirEm 7 + 2 7
7 % —F(TRAP), B HMIADIEMIEEL LTTA DY 74+ A7 7 X —F(ALP)ZfEMA L, 7r =
DEFEY 72 0 OFERIE M2 3140 L 72,

\"‘ .,_‘/

(4) PCBEOAD AL 7 ARHICKHT 2 EED
FRHT

TN L AEEIT LT . PCBXEDTE RN D3 AL
| |
W E At A R L EE ST ©

%%, % Z T.PCB-118: 2.3",4,4' 5-pentachlorobiphenyl
(IX1(4)-3) (Z%h3 5 8% AT L7z, “
FEERHE L LT, %AMDX X 3 (Carassivs  X(4)3 2,3°.4.47.5-pentachlorobiphenyl
auratus) & H > Cin vivo }z WNin vitrod £k 217 - 72, (PCB-118) DAL - Hifiik

Cl Cl
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PCB-118% DMSOIZ ¥ fi# L |C10 ppmDPCB-1181 K # EL L7z, ¥ ¥ a Z#MEL T, /1 =%
NOERIME LTz, T D%, PCBIRKZ X X a3 OEFENIZ10 pl/body weight(g) DEI& THRE L,
DMSOD A4k 5 L= ¥ a L Lz, 1IRO2HHBICT X a 2Rkl C, o azIL T,
2HZICE, 774 T VO8I E Lz, 2HE W) XA La—R %, FIFRBRAILESRCZ A bR
TN T DISE LT LIRS E LR R BBND Z A L a— R0 T, 2HKZITF X a 2R
L7z, BEEL7Z U m a Omg MaiErE (TRAPTEYE) M OVE IFMARTEYE (ALPTEPE) % Suzuki and
Hattori (2003) ® HFIEDICHEWVEIE L7, B L7 MikiE, @O, Fto$y b Tl o Call i
ZRE LT,

EHIZ, Ve afOPCBOEEAZRE LT, FOEREICHESWHTinvitroD ERZ1T-7-, F %
3 %rﬁ@’#?f‘? o 2 & HL L C, PCB-118%0.025, 0.25% 1*2.5 ppm ®PCB-118 % if$ N L 7= % #1 (L-15
B, ¥ a) TeK NBHERIEEEE L Tin vitroD B EBR 21T~ 7=, 3%, in vivod EB & [FIEE
(2 LC, Suzuki and Hattori (2003) ® J5 i 5V TRAP R ONALPIE M & I L 7=

(5) BEADBENFIZEEN 5 PAHEDSH

IS CHERE =T 4 2 v~ (Xenocephalus elongatus) . 7 7 * (Hexagrammos otakii) .
F =4 =¥ (Lnimicus japonicus) . 7 <> 7 % (Thamnaconus modestus) . % % (Stichaeus
grigorjewi) O JR F OV IZFE @ g &2 0 2 CTpH 5IZFH % L 7= . B-Glucuronidase / aryl sulfatase

(2,600/14 units) & 7/ — L —3 (BR)Z AN37°CC3KEfH A > F =_X— h L7z, BRIZWFH L7z
OHPAHSZ A % /) — )L . 7 V&= 7(50-1 VIVIZ &0 i i SRR L7z, /il o & 5 12TMS
ﬁz’%c{ztﬂzb BI% L72GC-MSIMSIEICE A L. BINFUSE=4 U v 7 (SRM)E— R THHr Lz, &

LIZIEDB5-MS (60m X 0.25mmi.d. X 0.25um,J&W)% v 7=, &&EiL. OHPAHs® [FI{if (A1

FRAE A NARHEE & 9 5 AR SRS S 70 3R IR INE T1T 7 o 7,

4. BREUCEBLE

(1) BEESGWTZAWZPAHBEESE (KERILERDX 7 V) OoEOR%R

GC-MS/IMSIZ X 2PMH D2~4D % % 479 % 30FEHEH O OHPAHD /M ik 2 BA% L 7=, OHPAHH
ROFHERMENELS . AL EEHIEWZ &5, OHPAHD GC T O 55 8 O BRI I35 B AR L 23 4
HLh, FEAETRTOTMSHEELLOHPAHD Y # 7 v A F & LT, TV I—H—AF
(MY DT Z T A A F VMBI B X M-15]" Nl Sz, TRHbDT7 T T AT —
va s, TMSED2oD A FIILEEE L 12D KFE(=31, (CHs)+H)DBIZE L OV A F L (=15,
CH)IZE Db D Thotz, RO T T T AT —va =03, DRIOHRETHLEEINT
W59 DB5-MS¥* v B 5 U — 4T A&k AW TTMSHEAK{LOHPAHEZ SBEL7-& = A, 30f%ED
TMSILOHPAHZ R 9% Z L2k L 7= (K (4)-4). — 7. 4B DOHPAHIZ W\ TlE, [Al U AR F I
MazRTHONE < FEOOHPAHIZ OW T CE oz, ¥ 7 AMS (MSIMS) X, 7'V
H——A F IO ECDEEMNR T T T A " AF L UNDA A T XTI T D LIk
D, HHRRE~ N v 7 RCE DN I T T RERBESEDL Z ENRAREL 2D, ZhICK
2 TGC-MS/MSTIEGC-MSIZHE R TENTZRHB A ZH S Z LN TE S, TMS{LOHPAHD i HiBR
A%, 0.3 fg~63 pg/injection DFIPH T ¥ | REEZ O BRI DI 213 LR 2K T 9 2 m) (12
77,
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N ens
. > OHFY 8-OHChr- c° OHBCP , OHChr
2 - e
Y ; “5‘5
m/z254—165 O‘
2-OHNaph
1-OHNaph OH miz 322291 4-OHBaA
) 0Hc:r 3-OHChr
HO
3-OHPhe O O 5-OHBcPhe 9-OHBaA
\ 2-OHPhe 4
1-OHBcPhe 2-OHChr
3- m/z216—185
£ 10-OHBaA
S miz 266251 3-OHBaA
b= m/z 316—285
£ 1-Naphthol-d, 7
b on 9-OHPhe m/z316-285 b OHB¢Phe 2-OHBaA
b OO o 1-OHPhe s ondan
s -OHBa
D Y O 1-OHBaA | 8-OHBaA
4-OHPhe 1-OHPyr
Im/z 266235 11-OHBaA
6-OHChr )
m/z 223—208 . OHPhe_nca 4-OHBcPhe 1 OI%
3-OHFrt 10
miz 272241 @.O OHBaA
10 20 30 Time (min)
[4(4)-4 GC-MS/MSIZ & 5 TMS{LOHPAHDSRMZ 1< k7 5 A
M|~
] | Msgpr
1~55t O PAHQ D 1% ) T £ g
26FHD 9 H20FH|IZ DUV T~ A
ALY Ry B TMSHE S &
jl Vel
LCHRETDZ IR LT, o o S
ANQ . AAQ . BaP-1,6-Q . 2 [;ﬁjlfﬁ]fﬁ
=
BaP-36-Q . BaP-612-Q . E PN
BaP-7,10-QIZ >\ T {175 # (& -‘2 : ""‘1\:/”
EHERT B ENTE RN 9 m/z 354
7=, foFW R AR L B
LZORIEER@)SBICR L, 2
% < @ PAHQ % & [M]* .
[M-88]". [M-118]"%% o #5111
oA A BB S, [M]TA
Fom TV H—Y— oA F L PP S
30 =0 400 450 500

L. FbmEDHRN -
TRy M AR L

X(4)-5 TMSHEEK(L9,10-PQD~ X A~ kL
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14-BQ f
/ o) (J m/z o0 qﬁcQ /
miz e & 7 5 ]
by 12N W BcP- lS—Q 1.1co _
m/z / . o
o 404—316 [ Z
m/z A g
1,4_3[BCE_J\__|(CH3 304216 9,10-PQdS S )

, m/z Frt-2,3-Q BeP-4,5Q [ |
) e _
m/z ll =T m/z | "~ [
268237 L4aNQ L A | 9.10- a 37829 .' ¢ BaP-7.8-Q
o]
o BaP-4,5-Q
m/z 1.4 [ ]
& 304—273 A
£ 1,4-BQd4 '
= , y BcP-14-Q m/z 428—340
= m/z Gl T2
v i 354282
258—226 AN ] m/z 404—»35? o
- ]
4 ol
o 14PQ| | o [
m'z W S : TT Tl
318288 o a e
m/z 1.2- B-\Q ! ° BaP-11,12-Q
354323 14-C /
. m/z 404—332 mz
1,4-NQd
. 6.CQdl 428340
9,10-AQd:
m'z in/z
310278 g 414—3 m/z
362200 404357
| - -
5 20 Time (min)

[%(4)-6 GC-MS/MSIZ L 5 TMS{LPAHQDSRMZ 2~ k75 1

SRME— R TOWMESFMEEZHRE LI, £l B—A 4 ZHRHET 5PAHQD BAAKIZOWT b IR EF
KEEIZ K D TR TOTMSFHERILPAHQZ BT 2 Z LTk L7z (X(4)-6) . FHERILKIGIZD
WTC, BFED R AF U LA Z R L7 R . BSA+TMCS+TMSI(3:2:3) DR A3 E W 5
Z L THEMFEAR LS NICL 205 729,10-AQXC1,2-BAQE AL 5 Z L N T, thDPAHQ
WCBALTHE— 27 MENRER L, NHIEEDE L L THW D 1~48 OPAHQ D H K #E K1k

(1,4-BQ-ds. 1,4-NQ-ds. 9,10-PQ-dg. 9,10-AQ-dg. 5,6-CQ-dio) DO5FEZ A AL L., [FIERIC TMSH; E K
Z[RE LTz,

B 4ol % ek L 72 1% . PAHQIR A1 (10°~107" M) OTMSILARIZ DV TSRMBlIE 2 171,
B RS (SIN=3)Z k7=, FPAHQFHE KX I mBfCcE TR Y, BRI IX2~200 (fg /
injection) Th > 7=, —F . PAHQ% &KL T ICE BT 3 5 S F % b LTSRM{EUE%??O
7L 2 A TMSHFHERL TIZHEIE T X R2WVWANQ, AAQIE FTRE T o - 7228, IRFFIR 23 BR 11
STHE#EL. =R 7 e — RCHUEEE» O U (C=0D i) DPAHQA L AF1E L T\
HZEMS, BMEEOSEENARFRE TH - -, EHESPICHIT 2 MHIRA L. $1.0~150 (pg /
injection) Td 0 | FFIZ AL ML A VR =V EBFET HPAHQ TR N E L <K, WIETE 72
VMEEIN S HBGFE LT, — )7, TMSFHERILTIXIZE A ET X TOPAHQA RSN TEY ., £
TR PR S & B HTIE &L 0 1000f5 R EEN TR D, TMSHEERLIENEBMN TH D Z &N &
nie,

B %% L 72OHPAH X \PAHQOD 34Tk 2 -V T, &R KFE ECTHE S RKARAE 200 LT
L2 A, 16FDOHPAH K 15FE OPAHQZ [RIET 5 Z L IZAEI L, B 4172 OHPAH<°PAHQIC
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FZNETRER TCOFENRE SN TORWHHILEY S & LTz (£ @)-1) , KK HFPAHQ
IREEIX, OHPAHIZH AN TE L &L, BRBEE O R AR LR T O AT LD PAHQZN AR L
RLTWNWIERHLNE R, T, AT UELIWVENI A b Y B EF T 51 E
MIDSFEL, KKF 2O ESNZOHPAHD 5 H3fEN = A a7 U BRER, SFAHL= A b ¥/
HERZA LTV, PAHQIZOW T HHIE S NN HI— X b 7 U EMH AR L Tz,

#(4)-1 K CAREH OOHPAH K 'PAHQ D i J

RE BREE RE j
OHPAH (f g /m3) OHPAH (fg /m3) PAHQ (p g /mS) PAHQ (f/}%?,)
1-OHNap N.D. 11-OHBaA 0.8 1, 4-BQ 32 1, 2-BAQ 9.6
2-OHNap 1.0  6-OHChr 0.3 1, 4-MBQ 9.6 BaP-11,12-Q 0.22
2-0HF1le N.D.  4-OHBcPhe 0. 02 1,2-NQ 5.6 BaP-4, 5-Q 0. 65
4-0HPhe 0.9 5-OHBaA  N.D. 1,4-NQ 2.4 BeP-4, 5-Q 3.6
9-OHPhe ~ N.D.  8-OHBaA  N.D. 1, 44N 32 BaP-7,8-@  N.D.
3-0HPhe 6.3  2-OHBaA  N.D. 0,10-pQ 82
1-OHPhe N.D.  3-OHChr 7.2 9, 10-AQ 12
2-0HPhe N.D.  4-OHBaA 5.5 1,4-PQ 2.5
1-OlBcPhe N.D. 1-OHChr 0.7 1, 4-AQ N.D.
3-OHFrt 10.3 10-OHBaA N.D. Frt-2,3-Q 1.3
1-OHPyr 20.9 3-0HBaA N.D. 1,2-CQ N.D.
2-0HBcP 2.2  9-OHBaA 2.5 1, 4-CQ 0.32
5-0HBcP 0.2  2-OHChr 3.1 5, 6-CQ 1. 58
1-OHBaA N.D. BcP-5,6-Q N.D
4-0HChr 3.1 BeP-1,4-Q N.D

(2) EERtwo-hybridikic X 2 2RI FERILAKFE (PAHQ) ¥/ VKD R b v U &kifix X
kv 7 i DT

% BEtwo-hybridiE 2 VW COHBaPDO = 2 hu 7F U4k Hio X ba 7 UHERZIET 5 & &M%
DRENFFZICH T HOHEDMEICL DV FE LI BRI L2FHELIT T TICHLIILWDS, £
I T2~6BDOREEE XA T H0HPAH 64FEEICOWT =X ha X Uk X ha A UiEEOR

Estrogenic activity

16 16 ¢ Antiestrogenic activity
= O
12 EE o
12
ELE i
g % R £ .f} N 100 ¢
g 87 0 DE\] = 8T o mERE4A 50< A<100
= o : R
S, L 0.01< W < 10= W <50
0.001 < ¢ <0.01 47 1= O <10
O <o.001 b<1
O 1 1 1 J 0 1 1 1 ]
0.5 1.0 1.5 2.0 2.5 0.5 1.0 1.5 2.0 2.5
L/B ratio L/B ratio

[4(4)-7 OHPAH®D T % k1 Z U BREHi— 2 k1 4 L EM & L/B ratio }z ()O-Hdistance & @ B1%
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MEZOmS, I OITHEELIEHEOBEBREZMIT Lz, ZORE, M= X ba 7 U RIEEH 20
i R b 7 UfEEE AT 5 0HPAHIL, (L) REEZAN48RPAH (6 21X, 4-OHBaA, 3-OHBaA) (2)
Fih & Hih DR S DA 1.28~1.73D&HIC AL EFHE OV mEE, (3)OHED i b & VW KRR 1
NH8~12 ADHIFH, (4)= A b a FURRIEME 2 R TREE SR IX, il A ba 7 U2 R T & &
DR, ZERHEB L (K(4)-T) .

20f/EOPAHQ® 9 &, 3ff (1,2-CQ. BaP-3,6-Q. BaP-7,8-Q) A=A hu 7 U iEHELZ R L, £h
ZIBEME BB O#I25% . #147% . #112% D p-galactosidasefEAE A FE L=, —F, Pilm A bu X
EMEIX, 118 (1,4-PQ. 1,2-CQ. 1,4-CQ. 5,6-CQ. BcP-5,6-Q. BeP-5,6-Q. BaP-1,6-Q. BaP-4,5-Q,
BaP-7,8-Q. BaP-7,10-Q. BaP-11,12-Q) A& &2 /Rk L, FRIZHR WL 2 b &7 5 %2 78 L721,2-CQ.
1,4-CQ. 5,6-CQ. BaP-7,8-Qi1#950% D p-galactosidase £/ Z | L7=, =& b o 7 U kEiEME %2 R4
3fE OPAHQIL. L/Bratio, O-Hdistance, 1A A b x X — BB TFE— AL b, logPD /T

Estrogenic activity

1.32 1.80

L | |
U D= =,
g 10F 0 O % . 10.290
= O o
+ D 1 1
2] O 1 O 1
© 1 1
T 97 | |
S ; o = 10%

0 1 : 1 1 :I 1

1 1.2 1.4 1.6 1.8 2
L/B ratio
Antiestrogenic activity

5 1.18 1.80
L feemmm-- bmm oo R Rt [ I 11.519
o 10 | — -
S ] O ﬁ !
S poooe-- R e Rt R 8.189
5 = | 0 |
2 5¢ W 250%
o) ! 150 > M =209

O II 1 1 : 1

1 1.2 14 1.6 1.8 2

L/B ratio

X(4)-8 PAHQODO =X Fu 7 URIERIFL=A v 7 EH & LIB ratio & T*O-Hdistance & @ B 4%
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A—HNFNFN1.32~1.80,10.290 75 11.519 A 8.526 7>59.029 eV, 4.909 75 5.556 debye,
3.462 D 382D WEHICFAE L (X(4)-8, 9) . —FH. Mz A bua A UiEta rd 11D
PAHQTIX, H1A A b= R/ ¥ —_ log PRAE L8526 M5 9.201 eV, 2.459 75 3.782D Lt
B W EI I AELE (X(4)-8, 9) L. 26D TA—ZDHEANENEZRTT-OOEMLETH D
FREMEDS R S LTz,

Estrogenic activity Antiestrogenic activity
8.526 9.029 8.526 9.201
B ! ! B ! !
— i i = | A i
g : : 2 A :
L 50 | A c S0 ! AA
= ! ! o 1 A ‘ ]
0 | H E= H A
B i i 2 i A
3 1 = 1 1
T 25T | 4 c 25 A '
A i i i
0 A A AN A A1 A . 0 ! N R
8 8.5 9 9.5 10 10.5 8 8.5 9 9.5 10 10.5
lonization potential (eV) lonization potential (eV)
4.909 5.556
75 - C 5 1085 5.556
S i i - i Ai
c S0 F T 50+ ! A A,
2 1 1 c 1 A 1
3 1 1 o A A 1
=1 1 1 .4: [ 1
° i i 2 i A
S 25 r | A c - 1 1
- T ER LA :
4 i i
0 — oA A A 0 NI : . . Mep
0 1 2 3 4 3 6 0 1 2 3 4 5 6
Dipole moment (Debye) Dipole moment (Debye)
3.462 3.782 2.459 3.782
B ' ! B ! |
A | s |
T 0T i A X 50 : A '
= 1 I 1 A
1 s ' ;
5 P S 0 A
S 25 ¢ L 2 25t ! A
2 VO i |
0 At At A 0 — At AP
1 2 3 4 1 2 3 4

log P log P

M (4)-9 PAHQOD T X Fu Z U ERFi= A b XU AER A A bR T v v b,
MR F-E— A > b e Ulog P & @ AR
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(3) BAEAYVraZAVWEEREFRMS 2T ADORF

1) vra@EEEZILEAAE & B 2L & O E R E M o B

INET, yraOERY ) OFREEELZREB L CWelzd, ve aE&E g s F
BICERABMEZE L, £72. 7o 2280 SWIE S8 35 M-S0 me B /0 I TS PR R E 8 A3 K 6 8912 K
ELRDMEEBRHY, v aDREIEHR L THERTILERS 72, £ 2T, BERIGEEOH
ExRENOEMICITO oD, va a0 EEY7- ) CHREEEEZET HEEZRMNLE, Yoo
HiE L F M E e MR s ORI L . v u a O ERE & M E 7 IR R A e T e &
OB A G AT AER . Uow 3 WO B I R R TE M K OVl R AR TS E S v r 2 o EEOMIZIE,
IEOFES (r=057% 0r=0.65, p<0.001) WHEHNT-, T/, vu = 1 Ko IFEIRIE ML O
BARIEEE v e 2 OEEOMICIE, W IEOME (r=0.91% Ur=0.78, p<0.001) 28 & 57 (K
(4)-10) .

(A) 7 y=187+7.527x (B) 0 y=128-1232x
P r=0.568 7 r=0.648 %
= 5 3 60
g £ 32
23 4 ==
= 2 £ 2 w0 -
g a 3 ® O
25 5
5% SRR
<X 'E‘ 14 = vg
= o+ = 0
g g
= 0.0 0.1 0.2 0.3 0.4 ~— 0.0 0.1 0.2 0.3 0.4
Scale weigt (mg) Scale weigt (mg)
(C) « (D) =
y=-0.294 +1.74 x o® | y=284+28lx
g = g 7 r=0780 ..
Z 3 60 ]
g 40 i) TRAP °
23 S 5 s0
=2 w0 £%
5 & S a 0
® o, 20 oA
oz é Z 30
= = o =
- = == 20 @
E 0 E 10
= 5 10 15 20 25 30 35 = 5 10 15 20 25
Scale area (mm?) Scale area (mm?)

K(4)-10 v ra@@E&EEALPIEE (A) . Uvrao @i E TRAPIENE (B), v nr 2 O
LALPIEME (C)R Y u = O iRk & TRAPTE M & 0 BIf%

2) HEEMIEE & mEMIEE & O BRE

BAZEEY 2 OEMEE (EkiE) L BB YS 720 OEMHE (LRIE) & o oHEE
12 28 B R O TR YE D Z N E IO W TR, T OFEE . BHEMmErEic->»
THERIE LW RIEE OMIZIE, 35WIEOFE (r=0.38, p<0.001) AR 617 (X(4)-11) .
Fo, BWEMBIEEIZ O T HERE LG RIEE ORIIZ, IEOFBE (r= 0.67, p<0.001) 23
e,



B-0905-83

(AOKM y=1.17 +0.014 x (B) ) yf;§%+&m6x
= r=10.376 =0 .
5 7 TRAP

I
=]

s
=}

Unit area activity

(mmol pNP produced/mm? X
Unit area activity

(mmol pNP produced/mm? X h’

[=]
=]

0 10 20 30 40 50 60

Unit weight activity Unit weight activity
(mmol pNP produced/mg X h) (mmol pNP produced/mg X h)

0 100 200 300 400 500

M(4)-11 v v =aOEEEL EEEE OB

3) v EAL Y20 OB I & OB RS & oo B

U a2 OE TR A E 7T E AR TS PEE (mmol pNP produced / h) &R L CHEH L 72 HNL
RS 2 72 0 OB AN E 72 13 B WK TE S (mmol pNP produced / (mm? scalexh) ) & o=
EfE (mm?) & OBFE L, BT ERENS 72 0 OTEEICEBR LR EFR T, TOfE T a0F
R X O E MRS E 2 AL E RS 720 O TR T L, v a0 mEEICEFR R IFIE—E
DL 772 (X(4)-12) , LT CLHBEEHWET v A VAT LB TEIZEWVWZ D,
ZOT vEAEHWT, BFEMRICSERIDY | BEMROEEE EASELFLVESTHD
BIFRBEA LT O R TF a2y 75 0 BN R 2 M8 LT, WLE O & Rk
EH$ 2 2 & &FEH LT,

(A) B) ,
3.5
= y=1.76 —0.00015 x =) y=3.06 —0.0028 x
X 4 X 6
I E
ZE 5| é‘g 5
¥ 23
= % 20 - o] '_g 4
5 S 5 &
E o? 1.5 - E D'c:” 3
2 g o
- %—c 10 - - ‘_'9—1 2
2 :
E 0.5 ~ T T T T T 1 E 1 T T 1
~ 5 10 15 20 25 30 3 ~ 5 7 9 11 13 15 17 19 21 23
Scale area (mm?) Scale area (mm?)

X(4)-12 HALHEFEYS 720 OIEMEICE L7z & % O ALP(A) & ("TRAP(B) &1t



B-0905-84

4) HETvaDT v AR EHAVTZ4-O0HBaA D AT
Ty oo OEAEY T 2T 10° M DE, 28R S, TRAPK CALPTEME 2 I E L7z k.
AT adIE ) PEATK T DISEEN T M L (K(4)-13) .

ALP TRAP
120 120
— * % — *
= I =
8 110 1 g 110 r T
S | 2 I
x l x T
100 foo-odr e 2 100 poooecfeeed e - (B - - - - -
Q =]
(&) o
2 90 8 9 -
> >
LLi L
80 . ' 80
Ontogenic Regenerating Ontogenic Regenerating
scale scale scale scale

[4(4)-13 % 7 v = (ontogenic scale) & F54= 7 = =1 (Regenerating scale)®® = A k5
¥ DB D L
E, (10°mol/L) ALH L7z vt FAE o a%z6 MEE#ELE,

ZZCTHA T B 3210 MD4-OHBaA # MR S, 3, 6, 12, 24 W s% L OB MR L O
RN TG 1 2 0 E L 72 G R %fp%ﬁﬂﬂ@/ﬁ X 6 BEfEI#IC E5S L7z (p=0.021) , F 72 Al MRS &
6 MifijhsE kb EH L (p=0.004) . =Dk 12 B <8 EH L (p=0.039) . A CTHEER ORI
Ll BT RBEDOTEME & % L < ir:of:o

EYEDEAN R b KE Do 72 6 BRI HRICSM %2 E L CT4-OHBaAZ 10°~10" MR T
FLCENTNOIEEZJE Lz, ZORE, BEMIZ10°MTHEIC EH L2 (p=0.003) |
107" MTCTHRFBRBE L RIFEEE OIS0 . BIEZ TP L L Itha i EHL 10 MTEAREIC LR

ALP TRAP
8 110 | [ jL S 110 | *
X X
LT T e e i I A e 100 PR
It 3
Z 9 < 9 |
] (=]
% 1 1 1 1 %
18] 80 w 80 I L L |

1x10°% 1x107 1X10% 1x10° 1 X 101 1 X106 1x107 1x10% 1 xX10° 1 X101

Concentration of 4-OHBaA (mol/L) Concentration of 4-OHBaA (mol/L)

[X(4)-14 4-OHBaAD B I K OB MiAIC & 5 EfH,  4-OHBaA (10'°~10° mol/L) %
IRER S H CORFRES2E L7z, *:P<0.05; **:P,0.01
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L7 (p=0.032) ([X(4)-14) . —JF7. BEEMBIZ10° MTIEMER EH L7z (p=0.022) ([X(4)-14),

UbkozZ s, HEva a7 v A ZE2HNT, 10METHRHTERZ, —F., fEvoa
IZ10° M BaA ZBRfE S, B3 K ORE MRS M 2 B8 U7 S5, 5 SRS v B S
HDHLODOAEZETRD ST, MEMREEIT 12 BlEE T L L (p=0.008) (X(4)-15) ,
PEo T, BEMBYPIC Y v 2 ZHFEET D CYPLIALIC L 0 KEREIR L 72 0 il B OTEMEZE EF &
T-RREMED B 5,

ALP TRAP
120 r
:\a 120 é
= o
S 110 | H___JF//’% = 110
-
X

X 00 bt = 100
‘E (=
S 3
9_ 90 | - 90
2 8
ux.l 80 L 80 L 1 1 L )

0 5 10 15 20 25 0 5 10 15 20 25

Time (hl’) Time (hl’)

[X(4)-15 BaA®D B 0 K& OB M54 2 /B, BaA (10° mol/L) ZIRfE S ¥ TH
A bLa—RAEH 7=, **:P<0.01

(4) PCBEODAD AN T ARHITHHT 5 EED BT

AU e 7 ==/ (PCB) IXAEKICXT 2EENELS, —HOPCBIXN W< SLIEAEZA T
L2 ERHESNTWD, Lo LEREHICH T 2 PCBOIEMILIn vivoDHEN % <, fE Mg O
B MRS 9 2 BENARERITHRE ST RWILIRTH 5,2 Z TEMRHBHICKIET PCB O
BRI 2 HEE LT, AovealcEH L, Aovead, BREY T LICEF
AT O B M & BRI AT ) s E L CRBY, YU RBOETLTHD, LE
Do Tryruazfniud, PCB BNAEOFRH#ICE x 2 823N ©X % AlgetEN @y, AU
TlE, PCBICK T A1EMAZH 5728, invivolk in vitrod EER %217 - 7=,

invivoD E8 : PCB-118% % > X a3 OEEWNICE L LT, 7 r o OfEE M IE & OVE M o 7E M
ZRPE LIRS B FMROIEMIL, BRSO AR LR, BRERENIEI RPN oTe, —F . K
HFHROIEMEZ, 1HE T EAT2EmAZ R L, 2HETIEARICEA T2 Z &L (K
(4)-16) .

MEFHDOHNY T LBEEICBNTS, Yo aORFMENEE L LIRS LT, ERT 5
EHIBH L (K(4)-17)

LI, PCBEHEG L Xanyn apOPCBEAME LR, H0.1lppmE N T 5 2
Lotz (X(4)-18) . £ I T, invitro® B Ti&, 0.025,0.25, 2.5ppm D i & THEMT L 7=, 72
B.PCBDO i e OKEELIZAE T TE BT, v r 2281 20HPCBD &IIMHRRLLTF TH - 7=,
L7edo T, RIFFETIEL, PCBIZKH T HEHTH L LB 2T, invitroD ERAZ 1T -7,
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in vitro® SEER : PCB-118%4 K5 HIICUSIN L CORFAIEE 2 L7ofE . ¥ v 2 O s M b o1& M ik - 5-
LT, 0.25ppmTHEZEZNRD BN, —FH ., BHFEMEO LT, &b EIREED2.5ppmTOHA KT
EH L (X(4)-19) .

PCB-118% 5 HiIZ WS L CTL18IF[HKF 8 L7 . 6FF[H & [AIARIC L C v v = Ol Ml i oo 15 4 13
EALT, RTCORETCHEERRBO LN, —FH., BFMOFTIZ. 2.5ppmTOLEEIZ EF
L7z (IX(4)-20) .

A) TRAP activity B) ALP activity

[ control O control
15 H10ppm Il 10 ppm

=
n

* %

=
N
B

Produced pNP (nmol/m? scale/h)
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e
<]
]

=
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e
n

=
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B3

=]
o

1day 2day 1day 2day

[X(4)-16 PCB-118DF > % 3 O ™7 1 = OB MM K OVE 2 I k9 5 1B
**: P<0.01

s — . 90
[ 1 Initial ok
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O Control
80

EPCB
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Plasma Ca conc. (mg/dl)

Control PCB 1day 2day

PCB contents in the scales (ng/ g)

[¥/(4)-17 PCB-118D % ¥ 2 0 7 11 =1 DR F [X(4)-18 PCB-118%#5. L7=% > X3 ®
Ja K OV SEMIIR I )32 E/ **: P<0.01 7o afOPCBE &
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LMo T, PCBIZBWTHLPAHE LRI LT, = A Ma A U BEERRH L Z ENHHAL, £
< DPOPSHIND W GLIEH Z BT 5 r[eEM 2R L TEB Y, BHARBICARTHAEICKT %
BNGEIND,

A) TRAP activity B) ALP activity
= =
lg 15 [ Control lg 0.9 4 [] Control
2 14{ Hrce * 2 0ss | Erce
£ £
= 134 = o8
£ g
£ 12 £ 075
&y Ay
Zn_ 1.1 - Zn_ 0.7
E ki
g 1 g 0.65
B K
& 09 & 06
0.025 ppm 0.25 ppm 2.5 ppm 0.025 ppm 0.25 ppm 2.5 ppm

[X(4)-19 PCB-118DF > % 3 O ™7 1 = OB MM K OVE 20N k5 5 1B
PCB-118% B HIZIRIM L CORFfIEE L &t SO RERT,
Paired t-test *: P<0.05

A) TRAP activity B) ALP activity
- -~
£ 15, S 099 M control
% [] Control *k%k % E onfro
2 14 B rcB S 0854 PCB
) e
£ * * E o
g £
£ 12 £ 075
& &
Z o114 2 07
T -]
g 1 S 065
2 E
= <
E 0.9 E 0.6
0.025 ppm 0.25 ppm 2.5 ppm 0.025 ppm 0.25 ppm 2.5 ppm

[%(4)-20 PCB-118D ¥ > ¥ 5 O 7 1 =1 O REF Ml Jo OVE HM I 53 5 1
PCB-118% I MIZ ¥R L C18EFfIE & Lz & X iR 2 R,
Paired t-test *: P<0.05 ; **: P<0.01; ***: P<0.001

(5) HEERADEHYHFIZE EN D PAHED T

RO K ORFOHPAHIZIZ L A AR TH Y . BIREEOBICETREEE 7 U — &Iz
KGR DMEEN DD, TERIT. MUK REZ I FE I A 2 v S EFE R (SPE) 24TV MR D
VB ARV TZRICIEERSPEIC TE HICH BT 2 0ER b o7c, £ TARMIETIX, ZREE
B AWM 2RI ET DT A —L—3 > (BR) ZFH L CHKS IR T 2B E k) 5
BEOHPAH % [BIIX 4 2 BT ALERE 2 et Lz, K(@)-2LC 2 FEE O EAM A — b U » ¥ & il 4 5 SPEY:
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L BRIZ XL 5 OHPAH D [V 3R % 7<
9, BRTIZERK D72 OHNap®D
B RN E -T2 DD, 48 UE 100%
DOHPAHIZ DWW TSPE X Y & [A]1Y

80% —
ERE o T, £TBRIC L B ALE
WEHILSPED 1/3 LA F T - 12, 50% 1~ B = B | .
OHNap 3 A (R FRE 1 D 3 B2 23 15 < | 40% — & B B | uBR
IR < TH N HEY E I
EOMET S D & TS ART T B B B =
HHZ L5, BREEZAHEOMEH 0% | L

120%

S Sl N
B VR T OHPAH 0 53 7 0 i 4L £ o\*&Q 5 O‘gv"’ & O\Q,@? ] &
ICERF Lie, Lidio T, BEHRIC T e N o

LD EEDO MK R E S STz [X(4)-21 [@EFAFHE (SPE) &7 A—L—3 > (BR)
OHPAH O W7 7 [F IF 12 4T 5 = I2 X 5 OHPAHO [E]IY %
DT & % 8 72 BT ALER 5 D B8 T
FEh U7z, BA%E U 7-RiALEE 2 17 - 72 B £ 72 13 R SEHE AT IR O GC-MSIMSIZ £ 0 JIl7E L 7=,
HEXRLE LIZOHPAHD 5 B, T4 I U~ Ot F D, 6FHDO2~4EOOHPAHMREE « &
BCX (F@)-2) . —FH, 7AIV~ORAE LS ITNDTHOOHPAHIZ DWW T HERE FRLLT
DE—27 ULPBEINRPoT2Z s BRI 7 4 X 2~ O E72OHPAHsHEHERR % & L THE
STz, TIPSO OHPARHR EEIX. 0.6~65 ng/mL bileTH v | DK TZLE T
BRI EZETFRl-E Fed oLy (1-OHPyr) &bl U CE LS o fA3E o i 1 1-OHPyriE
FEVIR D TIRIRE CTH o 7=, M7 1-OHPYri EIC BT 2l Lo & Tk, E—XJINniko e 7
A (LM AT - 2,782, FE LML - 299 ng/mL bile) 2, /L FfED B 5 A (~838 ng/mL bile)
3) 19994F O Erika s o> BT HI F itk o v U — L)1 0 0 F | (FE il E % 00200042 4 :1,400ng/g
bile, 20004E9 A : 50 ng/g bile) . db /L h¥ED A X% (213~1,149 ng/g bile) P #HE ST
%o MBEOMBEHH N LOHPAHAZ JHIE CTE 5 0HTEOBRBICKI LIz Z &t 5% MEKF DOPAH
B L IRH P PAHM R E 2 i+ 5 Z L ICK VPAHO ASE~DO B2 L 0 FEMICHIETE 5
EEZLND,

F2(4)-2 A OOHPAHEEE (ng/mL bile)

1-OHNap 2-OHNap 2-OHFle 3-OHPhe 2-OHPhe 1-OHPyr

FAI Y (10/2/22) 2.0 16.2 7.3 30.7 1.5 65.0
FAI2(10/4/2) 1.5 8.5 4.8 2.4 0.2 22.9
TFAZ3(10/4/9) 1.1 6.7 4.5 1.4 0.6 19.5
7 A+ *(10/04/20) 4.3 2.7 36.7 26.3 8.4 47.2
©7<J3/\F (10/04/20) 7.0 7.7 3.1 3.8 3.4 51.9
Z =72 (10/04/20) 1.4 1.1 5.2 2.4 4.8 29.9

FHYH(10/2/12) 1.7 4.6 272 17.5 42.0 2230
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5. ARIZEIVELNIZRE
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TR EF U,

1) PAHFEEAROE BSHIEIZ L 20T IEEBTE L. KKH U AREH OOHPAH & O'PAHQ % [F]
E LT,

2) BEREtwo-hybridiE I L D PAHEHD = A ka7 UEREF R OWi= A b o 7 R EH & A TG 1+
A2 5N L7z,

3) fEOU R aZHANWEARLTT v A VAT LEHEE LT,

4) PAHEIZ Y v 2 0B M & B MR Om T OIEEEZ = X ha by L FEERIC R S ERoFE
RFEZWELL TWDLDOT, MOFHEGIEE I L TWDARBEREWI ERX b T,

5) PCB-118iZi%, PAHMH L [AERIC L T, WO WM< ELERRH 5 Z ER B L, £ < OPOPsI N
DWHLEAEMEZAT 2R Z R L TE Y, AARMICAERET 28I T 28RS h
5

6) FEHDO M OPAHE Y O iEZ BRI L, & IS CHEL 72 A O IR H o OHPAH %
ET DI LI LT,

(2) BREBK~ORMK
AT RICE L TE, 4%, FRERPEBRANGEZE L, K# - HERIE0 5,
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[Abstract]

Key Words: Japan sea, Atmosphere, Polycyclic aromatic hydrocarbons, POPs(Persistent organic
pollutants), Chemical transport model

Carcinogenic and/or endocrine disrupting polycyclic aromatic hydrocarbons (PAHs) and nitro
derivatives (NPAHs) originate from imperfect combustion and oil spill. Airborne particulates
were collected in Japan, China, Korea and Russia and PAHs and NPAHs were determined.
Atmospheric PAHs and NPAHSs concentrations were highest in China because of the large amount
of coal consumption. The decreasing tendency in the last 14 years in Japanese cities, suggests the
effects of environmental countermeasures such as exhaust gas control. The concentrations of
PAHSs in the Japan Sea surface water were higher along the Japanese side than Russian side and
slightly decreased in the last four years. The mass balance and dynamics of PAHSs in Japan Sea
suggested the decrease in the amount of PAHs from Changjiang River, China. The highest
concentration of HCHs was observed in the sea around the northern Hokkaido. From the view
point of isomer pattern, it seems to reflect the usage of y-HCH in China. Enantiomer fractions of
a-HCH were nearly 0.5 in Changjiang River and the northern Hokkaido, suggesting the
relatively-recent pollutant source. Chemical transport model, RAQM2-POP, and emission
inventories of PAHs, REAS-POP, which cover East Asian region, were developed. The validities
were confirmed by agreement with observed PAHSs concentrations in Northeast Asia and the other
PAHSs’ inventory in China. Atmospheric concentrations and depositions of PAHSs in the region
were high between winter and early spring. The origin of PAHs was mainly biofuel and coal
combustion in the north and central China. Annual deposition of benzo[a]pyrene in the Japan Sea
was estimated to be 7.8 ton. The considerable amount of PAHs may be dispersed in the Japan Sea
by the Tsushima current. When seasonal variations of PAHs emissions were taken into
consideration and the emission factors were adjusted, PAHs concentrations in Beijing and
Wajima showed the maximum in winter. These seasonal variations well agreed with the
observation results. In winter, PAHs concentrations were high in the north and central China. Wet
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deposition of PAHs was significant for atmospheric inflow into the Japan Sea. PAHs are
metabolized to hydroxylated PAHs (OHPAHs) and PAH quinones (PAHQs). We developed
analytical methods for measuring OHPAHs and PAHQs by GC-MS/MS. Sixteen OHPAHSs and 15
PAHQs in airborne particulates and 6 OHPAHSs in fish biles were identified. We also developed a
sensitive in vitro bioassay using the regenerating scales of goldfish, and the both osteoblastic and
osteoclastic activities were significantly increased by 4-hydroxybenz[a]anthrace but not
benz[a]anthrace.
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