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ABSTRACT

Oxygenated polycyclic aromatic hydrocarbons (oxyPAHs) are directly

discharged into the atmosphere with exhaust gas from the diesel engine automobiles and

industries, and are also generated through photo-oxidation and/or microbial metabolism

of parent polycyclic aromatic hydrocarbons. Because oxyPAHs have diversity of

forming process, they distribute widely in environment and are not exception in aquatic

environment. They are already known to cause the gene toxicities in fish embryos.

However, the studies for their toxicities to aquatic organisms have been limited,

although several effects of them to mammals were already well-known. Therefore, in

the present study, we examined the effects to Japanese medaka (Oryzias latipes)

embryos exposed to 4 individuals of oxyPAHs by the observations with microscope,

metabolomics approach, and biochemical method. At last, the affected mechanisms in

the embryos exposed to oxyPAHSs and larvae were also explored.

The embryos exposed to individual oxyPAH showed the characteristic effects

with each substance dependence; for example, caving in yolk sac, blackened oil droplet,

and underdevelopment in medaka embryos. The exposures of any oxyPAHSs also caused

the poor development of cephalic part, unabsorbed and hypertrophied yolk-sac, tubular



heart as blue-sac syndrome and other symptoms. These effects for the hatching larvae

were too serous to swim well.

Metabolomics approach with GC/MS predicted that ascorbic acid and

hydroxyproline, which are absolutely essential components for the collagen synthesis,

decreased in the embryos exposed to oxyPAHSs. In fact, poor formations of the cartilage

were confirmed especially in the cephalic and caudal part of hatching larvae.

Hydroxyproline composed collagen also decreased, and could form the deficient

collagen in the embryos. Metabolomics also suggested that the excess ammonia existed

in embryos exposed to oxyPAHs. This phenomenon was also confirmed by the

measurement of ammonia in the embryos. Excess ammonia can cause the serious

toxicities in organisms. The embryos exposed to oxyPAHSs could affect to the ammonia,

and cause the severe effects including deformations in the hatching larvae.

The present study could show that the embryos exposed to oxyPAHs were

induced the oxidative stress in lipid and protein. These oxidative stresses could also

cause the serious effects in embryos exposed to oxyPAHSs. In addition, we could confirm

that oxyPAHSs could be metabolized by CYP1A. Until now, although the possibilities of

xenobiotics metabolism by embryos were not well-known, their oxidative metabolism

possibly causes the gene toxicities even in fish embryos.
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For N ZIZ U & UTHEA AW L TERF - RN AL S 256 00
HMHITEHY (Straifetal. 2005) . T4V S ITMAFITH LT HIREROEEZ 5| & Z &
L BBEICE < ORFZED BB M STV S (Cheikyula et al. 2008) . £¥EIC%F LT
(TZOMIC S RO PAHs 2FE12 L 0 W2 29 DA RO, IMOFhiEFEE
T D708, 2RI 5 RE STV (Incardona et al. 2004; Barron et al.
2004; Caris et al. 2008) ,

PAHSs %, B 212, —ERETICHE SN D ERBICODIZV AR TS
fHIZ D, BREEHFITH S 472 PAHS O —BITE0MAEMEIC L Vb s b L
LT, #2722 PAHS IREI L 72 D, E DIREM D 1 O EWER LR G B IFERALKFEE

(oxyPAHs) T& %, oxyPAHs |, PAHs k3 52 B U BRICIRF IR 723 EHAk

ATHAE LIEBREZFRD, FrICBRIR T2 2 DA T256bD13F /) SN d,
OXyPAHSs [Z PAHs 3B SV TARR I L HMIZ, 74 —EBNL T D R0 T & ol
HHZIBA LT, EERKPICHEE SN D, £, RuEaREERIC S PAHs & [RIFIC/E
RENDZEHHMEEN TS (Layshock et al. 2010) , oxyPAHs 23ERBZ7E YL/E o 1
D& LTHASNBED DL, T<&RIETHDHH, ZHIUEAX DRKIGHA~D LD
< 720 | oXyPAHs 235k & 723t 295 PAHs OAfE L @ n 2 LR
HEZEZ N5 (Odaetal 2001; Delgad-Saborit et al. 2013; Alam et al. 2013)

OXyPAHS |E7 « — B R T AR ORI A2 N 2ME O F TR ENE

MERVERED Lo L7, E & 2 31TV 5 (M2 2007; Lundstedt et al. 2007;



Gurbani etal. 2013), K&~ S V72, ABEH KD PAHs & [AIERIZ oxyPAHS & ix%
FERNZAKRIZEET 5 Z & BHERI S35 23, oxyPAHSs 15 PAHSs X 0 & KM 23 = v M
FIZ &V | BREKPIZEER ITILE S NS T VO T RN EEX BND, T DHE)
REZ BRI T2l 72\, oxyPAHSs O KZH D43 A %, HEARSCTIIK, JKE 72 &%
HHRELTE=F Y T ROMER 2RI TN D, S HITIFALEER EOKRAEAY
TOREFILHRETSNTED ., ZRHDOFRRNEEZTH, IR KRBT LT
WD EWH T ERRIE I L5, (Machala et al. 2001;1toh et al. 2005; Brorstrom et al. 2008;
Layshock et al. 2010; Bandowe et al. 2014; Qiao et al. 2014),

OXYPAHS IZZ N E TRREYME L L THEASND Z ENR ST, &
WIS % BRI T 2 AR ZB8E LTCHFLEZ /R & LI b OB L 0, ELEN
(ZHLY A E LT oxyPAHS I3, FEMHH 2 21T DR Ik ISR TR 2 7 %
L CHE AR T RIREMED & D T & R0, BRWaE SO U 22 52 T TR CYE IR R Tl 4 AR Rk
LTDNARNEE., o "V EZREBET L ENMESN TS (Durantet al.
1996; Misaki et al. 2007; Layshock et al. 2010; Santos et al. 2013; Katsnelson et al. 2014) ,

— i KREED~DOEBEITIZIIRMTH TR, ITFEET T 7 4 v a B9, B AX
T M2 W T-AFZEIC & 0 BRI %2 oxyPAHS O 22251 A3 i 5 & 717~ (Knecht et al.
2013; Dasgupts et al. 2014), ZHHDHFFRIC L D & PAHs LV H{RWVEBEDEZE T T
OSSN, £o, ECEFTIIHE LS ETH, I—27 v 7 OERR

RO, BEHEOEM R EORRET 22T 5, T —Y v 7 REGEICEM L 2w
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BIXWE RN, 3132 < WERBA D =X LA LTI AL TV,

OXyPAHs DFEARRRE & BREEAFAERIR EMDHE X D LAk, & DITFEMITAKAEEMIT KT

TOHRBEROLNCSNDIRETHD, £ LT, TOMERETIL, 4. oxyPAHs

DOEREEF TOREE, PR T 2ATBH R O E /2 & BB MR H D H b Lt

AR

1.2 AHZEDHEH

F L7280 oxyPAHs OFFIZKAEAEMII T D REMIEIL, 20 FE -
720 THY | RIS NZ D, L, KEBREF~OMARK LAY H D
EEZDBI, S HITEDOKRETIRE NS PAHS L [RETH D LT 5HER S & 5,
Lo T, & HIT oxyPAHs DKRAEMITRTT DB 2D | 4% OKERRER I
BT 27 — X ST REIZL B, 22T, A TIXABEO T TH BN
i < L OXYPAHS (259 5 528D — A BEICHE SH TV D IRIZIEH L., oxyPAHs 23f
B~ 5-2 2B W OB EB O RTINS L 6 x5 LRI, ZDEH) L w7
F & OB AR Tz, EHICEORBWEB DS THI S EEN, ERIENTR

ToTWAHIEIEL., 2642 T4 LT oxyPAHs OFEIRIC T DB A Hh =X
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woE FEMEET CBIZEN S oxyPAHs Db X & I RIZx % B

2.1 HHY
ZAVE TRAEEMITKT D PAHs OEMEIZOWT, Z< OBFER R ST
5o BlzIEXY (@) Lotk b~ IF a7 DNAESE (Nacci et al. 2002),
A KT OFERERE O (Carlson et al. 2002) . =~ A Dfifias |23\ THUFEEIE
DA EME (Hoseetal. 1984), Ry Y U4 7 207 = F v ML ALK D BT T 7
4 V2 ROLIARE . KO LS X5 MR M O X, ki a o #E
(Incardona et al. 2004) 72 ERZET B D0, T OMIZ bk~ 7 BN < il &
NTWD, —77, oxyPAHs ([ZX3 2RO EFIIHE D Mo TVRY, 3 1
B CREICIR 7225, oxyPAHs Z fRIC#FE T 5 &, PAHs ZERRFIZHLEL L 7o 52 2838l
BN HmERNH D (Machala et al. 2001; Lundstedt et al. 2007; Dasgupta et al. 2014) ,
TS DORERIT, oxyPAHs & PAHs & {Ul7- & 5 Rt A EF O W REME A RIR SN D B D
Thbd, L, FARICHT D oxyPAHs DT 2 6 IHFWAR 6N TWBE 720D,
PAHs & ORZHLINER E G TE 2 ETE-TE LT, S OICHEMARRETEY
HONMZTDMENSH D, F 2 TARETIL, oxyPAHs D5 IR S LTV TATA]
e/ 5 fEME, 777 0% /2 (ANQ), 7,12-_ X7 v b7k F 7 v (BAQ).
14-F77 h&% /7> (NAQ). 9,10-7=F > hL %/ (PHQ)., 14-7 Uk F /v

(CHQ) b AXNIRICENENKREBE LI L X ED K ) I BsBaMEE T Tt
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WTEDLMRRNDLZEZHBE LT,

2.2 EBRFE
2.2.1 RE

7S 7T %> (ANQ) X Sigma-Aldrich Japan, 7,12-X> X7 > h T+t
>¥% /v (BAQ). 14-77 h& /> (NAQ). 9,10-7=F > hL 2%/ (PHQ),
1,4-7 V% 7 (CHQ) IFH bk TSR A H iz, sk IZ4 oxyPAHSs
EIRINT % & EIZIENN-U AT LA LT IR (DMF) (FehisE TS %
Bl & UCTRER Le, KPREHREO DO T, ~F 8 GEREERBA) .
vran ALy GREENEBRM) . Mg RY A (X)) GRIERRR) & Fokiisk
fONEEEEME D7 U -do & 7 > b7 & -diz 13 Cambridge Isotope Laboratories

DHDEMH LT,

2.2.2 Fla#sr
OXyPAHs 23 & 2 & 1 IRIZ kT U TR L RITTIRE 2T~ 572912 ANQ. BAQ.
NAQ. PHQ, CHQ ZNZ U2\ T, LA FOEMFETT R AT - 72,
TR D EBERFEIXENENOKERE (ANQ : 90.14 mg/L, BAQ : 0.2885
mg/L, 307.95 mg/L, PHQ : 7.5 mg/L. CHQ : 0.6179 mg/L) %#ZEICLITFD & 9 I12#%

ELT
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ANQ : 0.1, 1. 10, 100, 1000, 5000 pg/L
BAQ : 0.005, 0.05, 0.5, 5. 50, 500 pg/L
NAQ : 3, 9, 27. 80, 400, 1000, 2500 pg/L
PHQ : 20, 50, 100. 200, 400, 80, 1000 pg/L

CHQ : 0.005, 0.05, 0.5, 5, 50, 500 pg/L),

FABEKICIE, =7 L— 3 T L HIBRR LTI SE 217 o 72 KB K % & 28D A 2

\

(HA-300MIV, HIRAYAMA) THIEKE L, ZD#%, +oEOBELZHRMLIZE O
A L72, % oxyPAHs % DMF [Z¥R L Ciifl U (BEMEUR) . & O UK % fifl
BARICEREREIZ /D XTI LTz, 2o & X, BiFlo DMF OKHRE L 100
ML/L 725 X912 L7z (FAEZK 100 mL iZxf L, 10 uL #0) . ANQ 12 X D% E
TEFE D —ERDNKIEMREE 2 2 T2 ATREMERE 2 H 72728, 1000 ug/L & 5000 pg/L
Ot R KA IE A B /K 100 mL 2%k L 50 pL @ DMF 2 L CRERBR 21T - 7=,
F -8B KIZ DMF ORI L72BIAIIX & . oxyPAHs & T DMF &30 L 72 W R B K
DHDOFRIX G ENENHE LT,

H T AREHEE K 100 mL 2 AL, £ I EZOKRE 10 T SUE L

bDE 3OME L, Z 2124 oxyPAHS R EEEICRD X oML, v A4

TIPS 2 £ THREZMBE LT, T T AR 24°CITHE LA FaX—H

PIUZINAE L, TGO BRI A HE TS, U F a2 X—2NTHF L7z, JeEHIE
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14 (- 10 RER (B - ) ICRRE Lo, ABRKIZE H 2 EHK L, UK IZKIR,

pH., DO Z##& L7~ (KR : 241£0.4°C, 75+0.2, DO :55+1.7 mg/L), #/Kk#ix
—IRFHRBAMEE (STZ-171-TLED, SEEHL) TR, HDWIIfFRZEILE L. Ok
FEIRAIHERR SALAVTHODNTHLY BT, W EATFalE oxyPAHs & DMF % & & 7o\ i

BRI L, #b#% 3 B B % TEAMED F TR 21T > T, (FR~ORELFI~T,

2.2.3 BEHER
WEHBRIL., THRAROER 2B ICRTEELHRTE L, BEIILUTO®E

n<CThob:

ANQ : 320, 800. 1000, 2000, 5000 pg/L
BAQ : 5.12, 12.8, 32, 80. 200. 500 pug/L
NAQ : 125, 25, 50, 100, 200, 400 pg/L

PHQ : 50, 100. 200, 400. 800 pg/L

728 CHQ X, TR RS EEN R ONRN-oT-DT, MEWE L Lo
Too ABRKIL, 2.2.2 HH & [[IERIC DMF IZ¥E L 72 oxyPAHs Z fi B /K IZHsn Lai sl L
7o B DMF OKFIRE S . Tt & [AARIZ 100 uL/L & 725 X oI FRZFh

BRIR TGS ARl Uz (BB 7K 100 mL (2% L, 10 pL #$00), 7272 L ANQ TiZ
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X DR E W EE D—FRDNKIBFREE 2 8 2 TW D AIREM DS H Y . FFIZ 1000 | 2000,

Pl
i
=

5000 pg/L @ B & FE XX E 7K 100 mL (2% L 50 uL ® DMF % 70N L TRk 2 s
L7z, ZFEX EFRIRFC, FBEKIC DMF ORI LEBIFIXK & | TS 3L 7220 E
KOBORE S TN ENHE LT,

FFEITFEARMINC 2. 2. 2 HIZHE L TYT o 72, fAB 7K 100 mL 2k L2 AGEL D
b A X H 0z 10EFDUNE L7 b D% 5 D HE L ik £ T4 oxyPAHS 12 L7,
BREHL 24 CITRE LTA F aX—ZNITNE L, BB OIME%Z 3 HE
TA FaX—FNTHE Lz, JLEBNL, 14 KFHE - 10 KERFE (B ) 1I28RE LTz,
ABRKIEE A 2EEUK L, BUKETZIZ KR, pH, DO Z#HIE L7z (K& : 24.020.5°C,
pH : 7.4£0.1, DO :53*x1.2mg/L), M kirFiE oxyPAHs & DMF % & & 72 Wi H K
CB L. Mtk 3 A B £ ToIRFEERBEMEE N CBELITY., TOREETLEN
Moticam 2.0 THiz L, £OGELZ W TEHEMICHE 2R E 4852 Lz, 2R ERICE
T OB B L, FETEL B B AR & PRI AR TR D D B BLEE S

NIRRT il £z, arba 2 LI btr b i~

2.2.4 oxyPAHs DR & LERE L~V DO BERIZEE§ 5 HREE
W ACFEE DR A TR D 1 O BIERO BRI, IS N Y
A, H2WER AN T WEZRET D2 L NRE W, 207, RERGR

LRI N 72 S 1260, T ORBEIRNIE CIZ B L~V OZERBAE L L DN,
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RMEDRIEIZZINETIZEAER I TV, & 2 TR T, ZFZGEH. &
OEBHIM 285 ORBR & 1T B2 > 7RISR E LT oxyPAHs Z#IRIZEE L, £0D &
& oXyPAHs NIRIZ 5% DN IR D070, LW o Te mAREE LT,

2.2. 3T L [AERIC, ANQ. BAQ. NAQ. PHQ ® 4 WH %R T D X I
BEAREITo72, £, 2.2 3HABRO OB/ ONTAER L0 | ARBRO BT RE X
2. 2. 3THDAERT, R SO BRI R ICBIR TELREICRE LTz, 7740
%, ANQ : 5000 pg/L, BAQ : 500 pg/L, NAQ : 200 pg/L, PHQ : 400 pug/L & L 7=,

F9. 2.2 3HETIT o2 K D IT b A X W IRAE NG BRI AE L, 84731
bR L, B HBEZBM L7, BBEHMIOSC TRBEREZS T, TENE
BWIRI2S 24 W5fH (1 BHRED (CPRD X% E-1, 2 HRE&FE L= X% E-2, 3 HE&FEL
7eX%& E-3 & L7c, BE-1~E-3 1XENE I &FE 4. oxyPAHs Z 5 £ W B KIZE L
Wb CRBE il 7=, F72. —RIIZ e A X DIEHF Clgzs N S LD DI
AHHBEEETLEEZONDI N AW TIEIZE® 4 H B £ Tl oxyPAHs & 720
KPP T AFDREFEE L, =t 4 BEOOILE CREL1T O BREBER LRI
(E-4), ZH b LI FRUSEEARIZE L, Wik 3 B B ZIRERBEMSE T 8l
RhAT> CEDRELZH T,

FERFBEX L HITHFEB K 100 mL I3 L RFEEZ O E 10 i3 SINE Lz b 0
I3OME L, FREIL24°CITRE LA X a_X—2NITAF L, #FTEHEH

SWHE%E 3 HH ETA »Fa_X—2NTEF Lo, JEEEIE, 14 B¢ - 10 BefE] (A -

17



) IZRRE LT, sUBKIT A B 2E#UK L, #UKAHT#IC DO, pH, /KIRZHIE Lz OK
Ji 1 244+0.7°C, pH :74+01, DO :53+0.8 mg/L), #/K% % =HR5%EAKEMEE
(STZ-171-TLED, RE#E k) FC#lE4 L, SEIFZ I R\ iz, I bfr sz b
3 H A F CTEMREREEMED T CHZE 2TV, BT, BIZHAIX2.2.3HEF

FObLDIZHRE LT,

2.2.5 JKH®D oxyPAHs #EEHIE D 7= 8 O RELE & 5347

Bt g & L7z oxyPAHs DK HREE 2 ET 5 72 DI, HKRT & #ikZIZE
NENRBOKZERK LT, BOK L2k 30 mL I 7 mw 22 10 mL 2%,
REHIMT IS R E O Lictk, Yr/muxx )@ (THE) HiaiRBRL, Zof
PR O BKRRER T b U ATHOK L7, ZOEEEZ S 5 LERVIRL, 2B EAE LN
feyzun AL gk 1E HOMBRICOE 2, ZoptE7cihitiiz 40°C THE L
RN, 03 mL ETERNATRM L, BfE%, ~F o Z23mLinz, 726
0.3 mL ETERZTATRMT S, Lo #EAL 2 [l BRI A T L E
Uiz, Bz, SR EZN N 1mL £7201mLICR D KO ICEHETATEHIC
B Lz, ZOBRICHNIEEEWE (T M Tt -do &7 U Er-de) ORENEK
A2 100 pg/l & 72D Ko lCEm L7z (I mL 2%} L 1000 pg/L % 100 L, 0.1 mL {Zxf
L 100 pg/L % 100 puL iS00, £ E =T 5 720 O E AR L, 100, 200,

400 pg/L TIERK L, 2B H NEREEWE ORIENZ 241 100 pg/lL & 725 L 9
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CEIN U7, YR & Bk B3 5= 7 vk, GCIMS THlIE L=, GCIMS
1% Agilent Technologies 1% 7890A D H A 7 i~ k /5 72 5975C B &4y W& %
WEELEZLOEZHAWE, 77 213 DB-5MS (30 mXx0.25 mm, /5 0.25 pm, Agilent
Technologies) ZffH L. HIEIX SIM T— K TiTo 7, HEADRE & BRHEHEE T &
H1Z 270°C IZF%E LTz, I 7 AIRFEIX 60°C T 1 43 fEEREE L, & D% 30°C/min T 60°C
225 300°C £ THIR L., 12 pRFF L7z, o7V EEERITA — N 7T
(7693Series) (ZX Y 1uL 2V A KRR U » h L AE— RTHEALT,

GC/IMS b3 ni=7 n~< 7 Z A5 ANQ, BAQ. NAQ., PHQ & —~
mAEME A L7, ANQ. NAQ. PHQ &, 7 K 7 -dio ® ¥ — 7 mifEfE CHlE
L.BAQZ7 V-t -dp Dt — 7 mFEE CTHIIE L7z, fiE L7 MR O v — 7 A

MR AR L, SWEORBOKT OREZFH L7,

2.2.6 WREHEMT

AR T S BIEHE O TE. PHE A, MO ETRENBIE SN
T, TSR L, TN EROBIEEB I LT, XHRIX & OFEEL N
H1DIZH Ay NOZEICT KV RE LTz, ¥ %> MREIX SPSS 14.0) (IBM #h)
&Y, AEAKESR TITo7z, EBEEE O CESMOIETRENBEZ SN
TR OR, TIAFHRERETEEZO T 18] LERL, a1 oTHEZE ST

) L Ui, ERLIEEICH LT Ry MREZITV, AEENR O —3F
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IR 2 B/ NE R EE (LOEC) . AREZENL LN o To—F @\ OB & M2
B (NOEC) & L TRz, EHICHHBIEINTHERE . 10%ERE

(EC10) & 2R (EC50) Dk HZ5#) 4 Ecotox ver2.6d Z v\ Tk 7z, EC10
& EC50 O#% H A OF HIE, xHHRX T 90%LL EOWLABlEE S -k £ Taxt

BL L,

2.3 fER
2.3.1 TIEHEBROMER
TR Tl R S & bz, ABRICHW -2 ToRBI Lz, £
72 CHQ Z & LT IRIZII T b BN o2 o7, TORFR KLY CHQ TIidLli#%
DR 1T > 72, NAQ Tl 400 pg/L LA LD BFTEE TETORTHELEN
BIZ2 N7, £72 PHQ T 800 pg/L LA EDIREE TR TORTILT DIBIEE S 17z, ANQ
Tl 5000 pg/L DOFEFE T 5% DIRNFETL Lz, —J7. BAQ Tl 500 pg/L D JE T 50%
DD SR L2728, BRI E T OO IERF 2 L Tz, ZhbOfbR

EBBICRAREZ T,

ANQ : 5000 pg/L
BAQ : 500 pg/L

NAQ : 400 ug/L
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PHQ : 800 pg/L

ICREL, SORDHIWERBEZITI Z LIZ LT, TNEND oxyPAHSs (22O T e
BENOEENIEIN DS TZREE TALEZ 2 F721T 25 fFIZRE L., 5 £l

6 IR X 2 E LT,

2.3.2 REUKH D oxyPAHs BB
HE S T2 5ABRK D45 oxyPAHs KL 4 Table. 1 1Z7R L7-, BAQ. NAQ.
PHQ O IEANMEITRR T & T2 > 7245, ANQ T 1000 pg/L LL ED X Tk Efio -

AN

SRR DORMIEZ -7z, ZHUE, ANQ (IO EIZ R EREN mr- 72 2 &

K

&L FRIC IR E X ORBRK CRKIEIRE 213 5 DT 2 72 72 DI 2 THRBUKICIEFE L
TV RN -T2 B X BT, L L, ANQ =8, 2T P oxyPAHs
THRBHIMPICRE KR EZGIIR o727, FEHMEZ A LT, DURIIAET

ZAT> T,

2.3.3 MRoOBAFIZBLEZINT- oxyPAHs D 2B
Tl BRIC | X FEN T T o - AR TlE, THRX B I ORI X T o 2L 5 51 1
HORH . RO ORI S R ENHER TE o7, ZUIx L, #EKX

TIE TR L RkORENBR SN, Z0LIBREINIZEOHE LR
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Table. 1 1Z/R L7z, BRI > THEI N T HIL, ANQ Tl 1113 pg/L LL E oz
BXCTHEEND -T2, £72 BAQ TIL 64.4 pg/L. NAQ T 74.3 pg/L. PHQ TiX 155
Ho/L BL E D B&FEX THEIZHEML T\,

% OXyPAHSs (ZBIZR S, B O 2 LI TSR, ANQ D R&iER
TREEIX, 2720 pg/L ZAFE X Clri @A % 2 HE 5 21 H B £ TOM, FFEDMREE
BECHEICED, &) Z LT Wit T DO T AR S v, BRI
BWNDIENRIEL LTz, FFIC Z Digmiit R X TIE, AMRXSCREEX O EH L0 b
2 (5L LW, BT 25 Z LR MO EEDRETEFL TNDN, £DO%, %<
DILTETICEDE FIE LT, FIoMIEZEFITIFE O 3R 2 1ZFEE LT <
JEMK (Fig. 1a-1) 7% ANQ ZFE#E CREMICBIZZ ST, Bl 21X, KHIREEDS 2720 pg/L
FEEXIZ BV CRER 5 H B OINEE S ek LG . £ ORI 2 ITRE L 72
STc, EDOMOIAFOFEL LT, #%E% 4 HHICHEZEDOZLMES 9 - 1. (Fig.1a-2) .
FHEDOEB, 6 HEH D 7 H BIZIFER OIS ORIEA B Sz, 573 ug/L & 1113
HO/L BFEX TlX, &% 4 HHICFAU LS REXOFMOIBIEE S, BE#% 8 A
IZ1E 9 > MSPFHEDO B A BEZR SN T2, 2D OSERIT 2720 pg/lL HBX TIZETD
JRTZ D OIERDIBIEE S - DIk L, 573 ug/L Tl 5%, 1113 pg/L Tl 20% D firs
DHTHEINTITRME R oTe, ThHDZ &b, ANQ HRIEIC K Dk~ I E
(TR B EIRATINCZ OBE LVRAEN LT 5 2 &R S i,

BAQ Tl 64.4 png/L #&#F&X T4 10 H B2 14 H H O#IZ 35%. 165



Ho/L #FEIX TIE5 HED 10 H H ORI 48%, 498 pg/L TiX2 HAZ2H 6 HH DM
ICAETORNIT LTz, £ H% 3 H H 2 HIMERAN R < 22 DR 2N BAY I8
2an’ (Fig. 1b-1), ZOERIL BAQ # B LI-MICOABIER I, HWERBEL 7
STERITE AT AETIELE Lz, ZOMERIT, 224 ug/ll & 64.4 pg/L ZEEX TlIbdo$
DB SN\ E 72y o 7273, 165 pg/l X Tl 2R D 12.5%, 468 pg/L &%
X CiE 100% DR TR S, BIE L2 TOMRMILE Liz, HWERPNEL 254D
FERIZOWTIL, #FTHIAE 5 H BICEBOEMOBIE I, RBEXR 72D 9IHHAK
T T O ol (Fig. 1b-2) BRI, DVFEE W o TIERP B S, b0
JEMRIE 12.8 pg/L 2% F2 X T 3%, 22.4 ug/L #F& X T 35%, 64.4 ug/L ##% X T 23%73 81
FLE L, 2T 50%LL FOFRIEFRTH - 7278, 165 pg/L Tl 83% DL CTHIZ ST,
NAQ @ 314 pg/L ZF&X CTIIOYIHNMRE D 2 IIEINEE T, BEE 2
AUNIZAETOMRMBIET L7z (Fig. 1c), TIiaABRIEFIZ & 400 po/L ZFE X LA oo 2%
KFREIZBW TR TOMTRBEDIERNBIE I, BRI LT, 314 ug/L 2%
XX DIRWIRE TIEZ oz &< Bl S hoTz, Ll 743 poll BFEFEX T
IXEE% 9D 12 H BHOMIC 13%, 145 pg/L X TlE 2 725 5 H H ORI 78% D
MOIECRBIEE STz, £z 145 pg/ll #FEX CIEEEE 1 B BICHEHBZO LML
ACIROREINERDREORFEPBZEIN, 5 HRICEHEOEI (Fig. 1d-1), 6
H B2 RO (Fig. 1d-2) . ODVEIE (Fig. 1-3) . 9 - MiAS 98% DR CHlE S 7=, 74.3

MO/l %52 X T b [FIER DR EED 10% DR TRIE ST,
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PHQ & CI¥ 734 pg/L X CTHEIN & #EE 20, o7z NAQ & [RlkE
DIERDBIZR S, RIF VBRI NFHICETORMNELE Lz, 734 g/l BFEX K
AR B FR IR X CIL BB % DI B O], WigtrIICIR2SSE T L, Frici b A

£t

Sy

DEFERL 9 HED 11 HHDORIZ, @R T LI L S ICRTER DN

i)
o

L XTI, IeHEROIT 80.7 po/L &R X ClE 10%, 155 pg/L #5% X Tl 25%. 347 pg/L

FeiE X TlE 85% DR FEL: LTz, T O L LT 80.7 ug/L. 155 pg/L. 347 pg/L

]
%

e

I BRFEBAMGTR 3 H BICEHE O (Fig. le-1; Fig. 1f-1) 3BIZ S, #EE#

bl
X
A

8 H BITIZE WO OEIE (Fig. 1f-2) . 9 oM@l Sz, 2 b OSEIRIT 80.7
Ug/L %% [X C 10%, 155 pg/L %52 X C 23%. 347 pg/L %52 X T 75% DR TEIZ i

s,

2.3.4 oxyPAHs ZRIRICRE L%, WL LIFRICEN-FE

PR &R CIEA2HE% 9 H B0 S 10 H BIC2TORRTHIME L, M birf
ICHHIC R DRSNS Z L3 o 72, ZAUTKE LT, oxyPAHs 28 S 72IBh B
Rl L 7oA AU IRk 2 e B ST,

ANQ TIE 573 pg/L LA D Z8% X TR L D IRIE D3 BIEE S 41,518 pg/L LA o> %
X CHEOLEM (Fig. 2b-1) 0LVRME (Fig. 2b-2) . BWRDHE (Fig. 2b-3) . FHEDE
i (Fig. 2b-4), BEORNIE E Wo T BENBIE ST, FRHIOTEEE R DR

AT, RS 2 ERHRT, bR SIS 12 < Ronl,
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BAQ TIid 12.8, 64.4, 165 ug/L #%5& X CHHMLOEIENBHLZE ST, £70, 22.4
HQ/L Z2FE[X T 47%, 64.4 pg/L Z:FEX T 66%. 165 pg/L #F&X T 69%(Z ANQ & [Flfk
7REEE OZFME (Fig. 2c-1) . LVEIE (Fig. 2c-2) . & DiE (Fig. 2¢-3) . FFHEDZ T (Fig.
2c-4) . JBIE DR & o T BRI LRI R DT,

NAQ TiX 36.5 pg/L & XL OIRE TR L OBEIEN B S, 2 b
FR~OEENBRINT-OE, 743 pg/l & 145 ug/L D 2 XKOHTH -7, BERS
NI, FHEOEH (Fig. 2d-1), 3 —7 % v 7 OREIL (Fig. 2d-2) . BEHOR
T2 ERET DD, FRCHEHEOE ML, 145 g/l #F X T L L7722 TOHFAT
ATHRIN, 20X REKITESE IR S Z ERERe o7,

PHQ Tl 347 pg/L #FE X TO LML OIRIENBIEL X, 80.7 pg/L &FEX T
3%. 155 pg/L #&FEIX T 47%, 347 ug/L 2% X T 100% D biT-f CoHE DO LA (Fig.
2e-1). DOVEE (Fig. 2e-2) . &IR0M#E (Fig. 2e-3). I —27 W v 7 ORFIL, RBEBDOR
Rk 7n & OFBENELE SN, DFER L OER OB B S i frfa b, ek,
kS Z MRk Do T, £z, ERRORMUATATBIZEE S - BN TR RIRE IR AF

LTHA., SOICEBRRED LA L ILICEEMT 2Em AR 5T,

2.3.5 oxyPAHs ® EC10 & EC50 »#% H &1k
% oXyPAHs D AR OFE R 5 | IR~DEEIZ >\ T NOEC, LOEC,

EC10. EC50 # =N ZFH & H L Table. 2 |27 L7-, EC10 3 X ONEC50 1%, k45 =%
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THEBRBEAZLICHMEEREHL, TOREERAZE(LE LTFig 31TRLE,

% oxyPAHs @ NOEC (%, BAQ 7 & 1K< 9.86 pg/L. &KIiZ NAQ. PHQ DI
THY, HbE\\dlX ANQ T573 pg/l Th-o7-, LOEC, EC10, EC50 A L & 9
IZ BAQ 23 HIREENME < . ANQ DIRED R b -7, E£72 ANQ, NAQ. PHQ T
X EC50 23 EC10 D 2 (FREE 72 5 7= DIk L BAQ TIXAMHIE E DE W IR &2 78 LTz,

% 0XyPAHs @ EC10 & EC50 Dt H A (LA H I L7z & 2 A, EC10 TIXFAEN]
HOZHEEL ) DR 3 H H £ TORIZ BAQ 73 817 pg/L 75 237 pg/L. PHQ 23
423 pg/lL 725 144 pg/L £ TENENBE IR LW (Fig. 3a), —JF . BAQ @
EC50 |%. EC10 & RRICZIFEZR D2 FER 3 H H £ TOMICEEZE 2R LTz,
L7 L. > oxyPAHs Tix ANQ @ EC50 (% EC10 [ZH 5 EFERNIHA LTEY |

PHQ & NAQ IZE > TiEd E VD L TWWirir-7 (Fig. 3b),

2.3.6 ZEBHWGH L EZEBRIL T OETICHET DR

SR L [F U X O BB SN RE L OYFfa~D# 8% Table. 3 (2% &0
T2 AMFE T H X & IRBEKITZRE% 9705 10 B B TR TOMRBIER L Lz,
ANQ % AWM 24 W5 Z:F& L7- E-1, 2 HM&FTE L7 E-2, 3 HMHZFELZE3 D
AT B0%SE L L7=DIZkI L, 52k, 4 B H O E THRE L7 E-4 Of
IR A0% DL DR ST DA TIH -7, 72 E-1 R E-2, E-4 1ZRONDIIED

SMTHTORETRLE LIZEAZ S A oNTZDITH L, E-3 TIEZED L 9 Rkn b £
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DEIZZINT. ANQ Z MG EE DI L £ CTH&RERE Lo & & LRERIC, IREEDOMRED
WMAIWCRELS RV ZOEFILT LM BIRE I N, TOMOEEL LT E-1, E-2,
E-3 128\ T ANQ DFRHER 72 5B O INE D ek (Fig. 4a-1) OFA72 53, 9 - ifi. (Fig.
4a-2) REWOINE (Fig. 4a-3) 72 ENMMOFEA @R CEIEZ Sz (Fig. 4a), L L,
E-4 TIIIPE DRk EORFEIXIZ & A EBE SN > 720 (Fig. 4b) . 37%DIT
FHUNBEINT, FEC LR TIE, ) o MBER OB E Wo o BRENEIE I,
E-1. E-2. E-3 ODROIMUATMA TITIHEZ OTHEE RO, LI, FHEOB 72 &

T —Y ZERREICEEEL LT

AN

RERLH NI S N7, E-4 TIEIE L= FfA 0 40%
S E-1~E-3 L[RIERDTERESR T 2 A9 D RTIZ o T2 h, 580 D 60%ILIEH 2 iz -
7o

BAQ TIiX E-1, E-2, E-3 DMENZEIZ4 87%, 97%. 100%3E1- L, ZFEHIM
IR U THERN EFTE0OBMRENT-DITH L, E-4 TIHIF & A ERTNBIERS
Nipinotz, £7=. E-1, E-2, E3 ICBWVWTCIEIZHEZRNOIMLECRE L L&
[FEARIZ, WMERD B LT 2E N R o (Fig. 4c), WMERABL LZRITE B, 100%
T2 Z LR SN, FIMEROBALLSMNT S 9 - PR Ol & o 5F
bEIZE SN, — . B4 TIIMERO BT < BIE I T, IWRAERITIER T E
L7 aBlssaniz, BLFATIZE-1 T4 R, E2 T1REB™ThZNRELE,
Wb L7cAr D 5 B E-1 & B2 ZNEi 1 BT OBHZFEOEAM (Fig. 4d-1) B R

(Fig. 4d-2) . L:F#fE (Fig. 4d-3) =27 A& frfa7Z -7 (Fig. 4d), E-4 THML L 7=
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FRITETHELEZ B LRV IER 2R{rflE o7z,

NAQ Tl E-1 & E-3 TIZZNEH 40%, 43%DIE T L-DIZxt L, E-2
L B4 T, IZEALEDMTRLCIIM R SN o7, E-1, E-3 DIRIZBWTITEAE
DEAERFA DIIENBILE ST, E-2, E-4 ORFORFIIBE I NIRRT,
EA~DOREPBE SN2 E-1, E-3 TIIME L 77D 5 B E-1 Tl 66%. E-3 Ti
90% 73 BHEE D ZEMERVFIE, IR O, FHEOE M/ EORBEF A2 L TR | 4
[CHEHEOBHNTIT L A E DT CBIZ Sz (Fig. 4e), — 7. BEPBIZEIH
o7 E-3 & E-4 TIHWHME L7AF BT H A R T 5 2 ¢ < EFR Th o7,

PHQ TiZ E-1, E-2, E-3 TENZEMN 10%, 40%, 63%DIEAIET L7z, %4
BN BT L72 E-4 TIXOT%DIENIE L L L LM TIFES AR L L 51k
CIFERT TV BTSN (Fig 40, ZOERIIZE% 8 AH (RFE#%4H
H) 70O RAICESPESRoTNE, £0% 2, 3 HRIZHEEEN R 2o
T, BEHICET Lz, E-1 TIREFIZIFE A CBIE SN o228, E-2, E-3 TiL¥
A DIBIELHEERRDBBIZ ST, PHQ IC&FE SN T-IRIE E-1 T 90%. E-2 T 60%,
E-3 T 37%237 b Lz, Wb L7cAT# D 5 HZE4 22%, 44%., 90% 3 EHER W 4
2L, BIESNTERERIL, HEOEMO LR, FHEOE i Th -7 (Fig. 49).
A4 I L LTAFRETH AR TH Y | BIESNIOBRRAER X U < BEDEM,

D¥RETH 72 (Fig. 4h),

28



2.4 EBE
OXyPAHs Dt A X I RFETICE HiaFRICE H 3 5 &, BAQ Tl 468 ug/L %

XD L& ZFTE%/6HBICETOIM T NEIE SN2, NAQ Tl 314 ng/L #iFEX,

Pl

PHQ Tl 734 ng/L BETEX TENENAHEX 2 HH. 3 HHIZ 100% DB I
72o ANQ TlI—Fm\W BRI D 2720 pg/L 272 X T 1 100% D 5 10 1T HIER S v
ST2DY QBUDIRMIELE L, FH L L7z 7% DA b 3 AR CREIC B DN EIEL S,
AL LT flc b B 00FEEZ 2 LTz, £72 DMF 28l U7z iABEX & b4
% & ANQ TiZ 1113 pg/L (6115 nM) LA LD THE R AR D bz, —7 BAQ
Tl 64.4 pg/L (250 nM) 2L, NAQ Tl 74.3 pg/L (470 nM) LA E, PHQ Tl 155 pg./L
(745 nM) DL EORECTENR TR LEBERERH ST, b 4 WED
IR~DI T B A T 5 &, BAQ DEN b i<, ANQ OFENR HHHN &
DRI S 4172, Knechtetal. (2013) OHEICEDHEET T 7 4 v ¥ a RO TFE
IZ ANQ T 500 pM, BAQ & PHQ X 20 pM IZB W TENENZ K 2 H HIZ 100% D
IR CHLENBE SNz, £72 NAQ T 0.8 pM TEHET% 24 BfH#%IC 2 TORTHT
DBLEL S ivTo, BRI L £ TSR 25 & A X TRO T RN o1 —Hk
(XN WD, KR DRIRINOELRE T H L E AT RO NRET 77 4 v =
U b oxyPAHS (2t % S MRS m W AT REME DY B 5
OXYPAHSs %2 A D LT ANCBIZR SN D H 4 OB TR D RFERN 72 &

—> L LT, ANQ TIZIFEED MR 2 IZMai% 3 2 ER. BAQ TIXMHERN R L 22 DR,
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NAQ & PHQ TiE & HITIREINE Z b FTUCHAEN L F HIERDZNE I E E A 128
RINTo, ZNWE TLFE ORI A~DFEZ A U723 E < G ST
D AWFETBIRE SN K D 70 b O HRLL LT IRFE A 0 238 BLIZ B4 2 F 1%
FEAERNWER DN, D72, oxyPAHs B O LT RIKSCEWMEIZ /R S
TR 7 B & OBIRIMEIZ L < B, LasL, BAQ DMERAEL 722 HIEMk
R NAQ. PHQ DIFEINE = 5722V ERIZ, 24 D ORER MBI EE S A7 B ISR AE
CLTWLHDT, JEC L EMHMNICER L TWDAEBEEREWEEZ BT,

ANQ. BAQ. PHQ % % L 7R LI b L 72 aF AT fU 13l L 72 R &
ofc, Tbb, HEOZLM, AHBEMRNBATEER, DIREE, R0, &8 700
REOEBHIZ2 Y TH D, TN EDOFERITL A A2 VS PAHs HH 2 FUEIRICRE L
TBRICBIER S NARERE D 1 o, 7/v—W v ZiEEEE LB L Tz, oxyPAHs
& PAHs OFEENRR VB VBB EZ AL LI2bDOTHY , 2 b 2 >OWEEEO
EIIBEE NI L TV B D EDD AT LR, ARFFETEH 70— v 7 JEGEREICHE
L LTz a7eAF M 7S ANQ, BAQ. PHQ Z & LI-IR/ ORI S e LT, 20

BTN B UVBRMEEOER DI BEIC I VARSI ND ZLICERT 2000 L

2 TOWEIZB W CTRAEY MR R 2 s L7858 1218, &0IiTo 2%
HEENOIMEE CERBLIEGE LRI CUIERN A OGN, LML, BRI =iERD

A EIIRBHMORESITEFELTEY . E-1 XV E-30J70 L 0 IERSEVVE [\
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Rohiz, —J7. BETH»ORELZBMG LIZEHE TIE BAEMICRBE LB L
EEITBE SNTIERIT U RO N2 o7, F7IZ BAQ & NAQ IIHAHHIN D 2
BB E Lo, 0BT ad gl asny, ERRfansib L7z, ANQ T
XTI B LT & 2 ICBIE S NI ORI AT N6 2T 2 s LT
XA Lo T EOBE LN FRIIHEEZ 2 L Wiz, LT,
BHE O LB RO, CIBFIEICIN 2, HE RO v 23 A e T8
mENT, PHQ THRANMICRE &G LAl Blg Sk, BAEPH
(CRBAPMG LT & Z TR O R o T2y AN RRE LI a0 BE® N D
r b £ CHRE LEBATIIALNR N -T2 L 9 REENEET 5, &\ 9 FEH IR
7 BN R b LTz, AR DRIMOBEIEDOHEITIL PHQ TOABIE I, AEE
PNERES NI ARITIIEE LTV 2 E D IO hDORERH 5 2 &

NEZ L,
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HIE AXARu I R L HLRYE T ORIE

3.1 HH

EVNTEEVEZ R D720k x 2 21T > TR . XU T B EN
fRSNTT 2/ B0 le, B EoRBR A S D, 7oA S G
X SIERE SO RLIMNBEZT D, MATEFOA ML AR E IO 5 F )3
Z o TeBRITIR, R & IT R 52 L CEDOERE O L, 2 ofEFE A MR L
F 9 & LT~ ORFMARESCEAZLZ (LS THIST D, AZARB I 7 XX
D& B ET (R ~7 v 7 4 —) ZfEfERIZH A~ A OREFRREE 2 5~
LFETHD, TOMBEENS | BRICEEORENE LT L 226 2[RRI
A BT ENTE DT TR FEDNEEOREREI 6 LTI B 7D S A 2 - 72 BR
OFHl72 E BT 2 &b TE D, AZARE I 7 AFMAR LG L LTI EREL T
EDOMZERREANTHED I TI Y | O—EORE RITIFIRHEIR-CE O BRI IS S
TW5D, SBICKT 2GS FEHEM L TR Y | BEx 73510 T O/ O T REME D R
RKENTWDD, AT T D EIESIITHAD LT RATHRER LIZHD Lo
TR,

M TITAHE T & FLIE & [FER IR E DOl ORRE (23 L TR 247 5 Z
EMTELONE S0 RICERENE UM H OREm 7 1 7 1 — )L &<,

(CHN T L R 2 B A B OB 22 & 25 72018, i TAEMIZZ
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BT OEHRARBERBEFRTHIENALNTWDL T I~ A v wad
(Cyprinus carpio) MEPERNIZH# G L CBEER G ZFHE S, £ LT, 20k
ZOMFFORHYH 707 4 — & A X Ra I 7 ALY BRI T BT E

DK D IRBNGI S E TV DL ERGEE LT,

3.2 EBRFE
3.2.1 RE

FUAwA T UmBE, HAbT NI U A 22T 2 )X E ) — NES
P EY B—7 A MY a— IR TERASHEO b 0 & v, i T Lz
NYF RV TLI=EY  n—~vHRASHEDNBIEA LT, RS2 RET L7280
Do T, 2-7'msx /7 — (HPLC Z3#r). 7& =K UL (HPLC AT ). ~
XY (FBEEIEREBRA), 0-AF /L Fax i AT By h=ral N (Ft—fk)
ZROEMEERL, vV o (BAK) 2R PSR, MATFA+1%TMCS % —
BT 4=V AT T oy VRS, NI E D 2,2-2 A F L an
7 (Fot—#k) (TFOEMEERL, U AT U E-dor 137 F 2 RSO b 0 & i

L7,

3.2.2 FlE#Br

AANZEDRET U~ A Vo 2 BIENRGTUEBREEZFET L0, &
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3 272, Ciancioloetal. (2010) 2MT-72 BT T 7 4 v ¥ 2 MK T 557 %
~ A v NEVEN BRI 2 B E S TR 2T o 7o, TR AR T IIoR R X AR EE X
BIREX O 3 2&#% T, EXICENEN 2 BT oa4 2\, 7y ¥~ v o hilg
a7 0.9 R AIZEAE L, KRR X TI3d 5 E% OENIREEDS 0.5 mglg (RRERSE)
L7275 X 91250 mgimL OFERIE 2 . EREX TIERIT VR ERE & LT5mglg & 72
% £ 9 500 mg/mL OFRERIKZ ZNEFHR L7z, £ LT, 2N ZN0ORBRK A4 =
ADEE100 g 126 L 1 mLYEEZY L7 U AT oo TERENICRE Lz, *
TR DRI T o F = A 2 & 720 0.9% RHE K O Z OakliRifk 2 1 mLE S
Wb UTc, Tl ORZEBIZEH BITBUE L L, REBRBALAHT A 2> a5k S i 1 1344
B L 72 o Tz, BIESHIRIIIEENE 5% 3 AW L L, 2o a4 1%, BIERE & [ UK

RN LT, BB T o /KiE L 24+1.5°C, DO % 5.6+0.5mg/L T - 7=,

3.2.3 A&AuIrRITXDBHENMDTDDRERR

3. 2. LD PlFBR O R A b L1, MBROBRIRE ZRE LTz, FEXIT
FHHRX, AR X, FREX, SREXO 4 5%F%F, FX5RT O MW, RBRiK
X TIRRER & RRRIC T v &~ oA o UhRBE A 0.9 RHEKICEM LT b 0 & vz,
BRI 5 X CIE IR G- B DIRPNTERFEDY 0.02mglg & 725 X 912 4 mg/mL OiRBRIK &, &
EEX T 0.063mglg & 725 K 912 12.6 mgimL ORBRIEE . & HICEEEX T 0.2

mglg & 725 XK 912 40 mg/mL OFRERIE &2 F I E i U7 ((RNIRE IOV T LR E
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fiE) o RFRXIZIE 0.9% BHE/K Z23lBRik L7z, R L7 e T 0lBRiE 2 = A DR EH
100 g (Zxf L 0.5 mL M &fEFENICHKR G- Lz, *RXIZIX 0.9% &K% 0.5 mL #% 5 L
7o RBRBRALGET A 22 LRI . FEHIX LR o 7o, MERENE G, 2N ZEind =
A5 3 L 3.2, 4 HIZRT L O IS8R L7z, sUBRIIRIH ookiRIT 24=1.7°C, DO
£ 5.7£0.8mg/L TH -7z,

FEBHMG% 3 HHAIZ, BBEXBLORBXOaA % 2-7 /XX ) —)L

Pl
i

THEEZ Lo~ 2 U LB L= U P CaAf BAER DS 5 mL BRI L7,
~~ 7 Uy MEFHRIOT-DIZ, ~~ M7 Uy FEBEMEIZK 75 pb Ok a2 At T
10 Zy e L oyBE (370 g0 4 °C) L. BMEANOMIKEEIZT 2 AR MER D ARFE L 7>
b h7 Uy MEZ RS o 72,

T/, MAFEEEZFIDZOIC, 5mL O~EZBE Y B-T A T a—RA
ST T ARBRE MR A 20 L N2, D%, N EER (UV-1600, & EERIVERT)
(2L 540 nm DR THLFH~E 7 1 B REAHIE LT,

FeoT-MmiEZz 1.5mLORY Fae’Ly (PP) lvwf 7 uFao—7 2B L. 10
Gy gyt (3709, 4 °C) L CliEA iz, fAohzmik, rET—80 CT

PRIF LT,

3.2.4 BR

KT T v~ A VAKX DEREDIRER E2THRD =012, a4 D
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RAZBRIR LT A DRIE ZAT 2 72, BIRIT/NLI S D HEEBEZ I T -7 UG, 1979)
o~ A YRR A NN TG LTtk A OWIRAETEALICERIR ) = 2 — T &4
AL7 (Fig. 5, IRV ==2—F1FAEHN L mmORY) =F Lo Fa—T7% i,
ZOF 2 —T OWEHHIIMERK L3 mm OV a2 F 2 —T O EFOICY o H O
(STA) Zixiz, -, AP 13 mm DY arF2—7 (STB) #IiIH T, =
A DUWPRAEFEFLIZIFRA L, STB % BHEE Al O REEIC BT D08 THEASRICK W EE L
Tro Fa—TxMEELIZalZ LEES S, 15 LDy hAR FLOEE 280 Bl-
Tl — AR L=, T O — A% 60 cm KFEIZ 6 E ALz, EE LR =2—
7 Oz mikE (PP ) WIZEWT, A 74 U TRPEILEITHRAT DL 91Tk
v hLTZ,

BHEIIBRR ) =2 —F%ATH L. 2T 5 A L RITR Y —RFIC
JREPHX D2 EDRMBNTWD, ZIUEEREZIRIE LM, BT 5 E T
24 MR 2342 (/hl, 1983), D72, ABETITERIR Y = = — T B A%
24 W H LABE DR EHREOIR TH D & L, THUBRICERR S b O %% O

(CHWIZ, JREZE 12 BFE LRI L BRIRD 728 DO ILE & € OB AZHA LHIE

HOREE LTz,

3.2.5 REWHIED =D DRILE

2mL O PP~ A 7 v T o — 72t 100 uL 2 He Y [ 2-7 12X — /1 375 L,
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7' h=KU/ 375 pL, EHi/K 250 uL ZENEIUINZ, NEEEAEARR & LT 200
pug/mL @ 22-Y A F )L a gz 100 pb Mz 7=, Z DIREEK%Z TissuelLyser 11

(Qiagen KA ) THRE H L. 10 /i Oo0EfE (100009, 4 C) #1T-o7-1%. EIE
500puL ZRllo 2mL DO~ A 7 uFa—T~B LT, £ZI2200 ug/mL O I U ZAF R
-do7 & 50 L AL, ER T A ZRE AT, ERICIR S Sz, U AF R
GCIMS JITERFD # A L 7 FIIZEM LTz,

R ALE%, BIEIC 0-AF L Faxi AT vE=yasnl) K4 mg &
YU ImLICE LTS DAE 10 UL x4+ — % —/X 2T 90 4rff#ik & 5 (30°C,
110 rpm) LCA bF T 2MeEITo72, A FF v A(kth, MATFA+1%TMCS % 90 pL
Mz, U4—2—/"Z230 e H (37°C, 110rpm) L., R U AF /L UL (TMS)
{b&1T o7z, TMSALE, ~FH % 100 L Inz.. 5 43f5E 045 8E (10000 g, 4 °C)

L. FiEZLLTF® GC/IMS HIEIZHV,

3.2.6 R#WAIE

HErp REHHIEIZIE GCIMS (A7 m~ b 757 : HP6890, 'H &/
f& :5973MSD. Agilent Technologies, Inc.) % V7=, 77 2% DB-5MS (30 m < 0.25 mm,
B 0.25 um, Agilent) Z W 7=, JHIEITZ A F v o — R TiTo 7o, A LR X 250°C,
WAL 13 290°C ITRRAE L7z, 71 7 A1 60°C T 1 23[R L £ 1% 10°C /min

T 60°C 775 325°C £ CTHIE L. 10 mllfrFF LIz, Yo7 ridA— 77
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(7683Series, Agilent) (Z& V., 1uyL % A7V v L AE— RTHEALL,

3.2.7 F—ZuHE

MSD 7 X 27— = (Agilent) Z#H T, GCIMS 7 v~ s/ F A ETE
PERTREZ2 U ' — 2 (SIN I >5) omEEZ B Lz, 1 /¥ b=/ LT,
aAMPF NS INAEODIEEANENIAA /¥ F—E L B h, SR
FMERBSINFE L, S 44 /2 b=V LSO BIER B o0y GCIMS | ThH
SN, KR TIEA /) P—NVEHETER LT 4 7 b= EioTe, 15
HNA Y — 7 HEEI 2,2-F A F L ang RO E— 7 FfEE CHEEL L, RBA
WFZE I, il 2 OFEHE(L U 72 & — 7 i flfE = Mg b O RS RE, & LCULF

DIEHT 21T > 12,

3.2.8 WEAMENT
Tod A v 2RO MG A O E & 5 X 572HIC 26 THT
B LT =2 2R TERS oI (PCA) Z{T~>7, PCA I R Sk
(http:/www.r-project.org/) AW TITo72, 7z, HMBWIZBIT L BEX L 2 |k
72— VX [H O G I F—JeALE S BT 24TV AR DR b 5E1E Tukey 0%

EHEIC L VIiTo72 (p<0.05, SPSS 14.0J. IBM ),
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3.3 WRLEH
3.3.1 PHRAR

TR T o 72 & 2 A, IKIREX (0.5mglg) & @mIREX (5mglg) D= A
T Z~A i LT LTS K OFIEK L TWes, £ OB & 13 IX &
T 5 L HEVIERTIZ R o7z, TO%, MiREX TIIRL% 1 RFHENIZ
FEC LTz, —77, IRREX TS 60 B IZ 12, 84 FFHRICIRD D 1 BNEL
L7c, XHRIXTIX 1 B OIERBR Do Tclod, MBEBEXOETILT 2~ A 2 D5

&b EEZLNI, HEMEKEZN TR LT L 25, £2TOMEEDIEIEAN

OEBE T DML L TV 2D O RS Sz, FARREX TIIMoIRA, BiEo e
KREIONRE, AP E -7 Z LIS XD m, IRERZEH Bl STz, —J7,
iR XTI EEN O ML LIS B S o 7o BT SN o 723, T 51,
A PERH TR LD RREX TR LN X 9 IR H R o7 & X D
7=, Hentschelet al. (2005) (I ¥ 7T 7 4 v 2iZ5 mgmL D7 2~ A v &8
e G- Lz & 2 A B TE | IALRME ORISR ZE (L7 LA
UDZEEBZELTND, £z, Saliceetal. (2001) &1 Z 50 mglkg D7 B~
AU ERIEBENEG L, RERIRICEELZ B2 D22 L2 AL TS, 2720, Zib
D 5-FEBR TIIAMFIE T R S 7= JEEN O Hf <o, I ERIEAR 72 & ORERITBIE ST
BOT, aAfIZEBT T 74 v aReR R D e E~ A TR DI D

WD TIIZRW N E B X BT,
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Pl BERBR O RN 7o 2~ A Vv DOBRGRE L., KBEEXOZKERN
MED05myg THETEDLHWL, A X R I 7 2D D REAR TIIH G
B OERNIRE Z TEaBR D 05 mglg LV b X 512 2.5 K\ 0.2 mglg Z @i X,
IEEEX % 0.063 mglg. KIREEX A 0.02 mg/lg (2 THEME) ERELT, ZhUchHb

HGRAREZRE L, ThehEREN®RE TS Z &L,

3.3.2 Fra=A v UoRBIZL D BEBMEMRELE

AR ClIImEE X ORGESDOERNIRE % 0.2 mglg & 5E L7122, Tt
BRCAMIANEL LR ERNIEE 05mglg LV b 25 FHEWEBETH o7z, LN L
1RI3R54% 48 I CIEZ BiC L, 60 IffHCHELT L7z, £ 5 1 27% 60 e T
% BIZ U CRBRAE TRFD 72 BFRIIZAET, S 5o 1 RSB THRHZE 2 112
T 7IREBIC 72 0 L R & L TEIREX D 5 B 3RO aA ML, & 5HVIESEITIT
VRRBIZ 72 o7, 2D Z &b BRERNIEE 02mglg TH 2252564 A —T1%
FIERENSTZLEEZBINTZ, 2 XD HIKV 0.063 mg/g O HiEFE X T3t CERIE
BN holzZl Enn | ERROREADLETEZLS L 05mglg &V 9 RET Y
BEHREIEWVRETH T2 RBHERH Y mIEEXE LTEb - EREREL T
FTLUENDH ST EZD, £lo, UTIORTHREROAEDETERD L. ZORIRE
XTRONIZIET H 5 WITBSEITEVIRIBIZ R > T DIE T B~ A 2 RFED I

BRI LB 2 D MOBER G ER 7705 F T SN LB R
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EIREXDAELFLIZFRY 2 ROHDT —Z 2N TURDA ZRw I 7 A5

9
=

Al 24T 5 OIFHEE L2 LB ARBFIE Tl B XU o i BEIX & AR FE X oD

p={{13

HCLLTFOREFM AT S 2 LIT L,

BHFEXOMK (0.02mglg) . ' (0.063 mg/g) XK RO B SCIRERZE H 72
. Pl L R UAER S BER SN Tz, £, RBRBAERIN DK T ETIZ a4 DR
HE SRR X CIE AR TR 4% Lo ock L, BBEX CIEREX T 3 &,
H X C 4 R ORI 25%HN L, Z OO RO T 235 X & [FIRRIC D L
Tz, BRBXOREAHMN U EARICIGE U/ LT, ISR L Tk 0,
S IR EA 2R Tl @I OBl Sz, S D ORFEARE L
TAB R AR L= & 2 A, REOEKE MIAIEHIIEE > T Y | BEXEEROMK
HEINEZ OIEKITER L7z &5 2 b, KRERNIT KR OREE S E R OK L
D RN 172 EDAKBERNIEA LTV, £ 2 TERNOKOEZRET 572
DIZHEWRZZEICHRE L TREEZME L T\ 5, ZORPEIEFE & L TRBEIC &
DATHOI TV DD, BIED IR DA RCHRMEAE N 7 o 7~ A 2 U BRI K > TIEEIZ
B2, FRELTEADEE LB D,

RIR = 2 — T 2405 1% . 24 FFRNTREIX, S L HICZ 'O ROPRIED

MRS, ERBELIRENE Z > TWE I ENRRBINT, ZREMEF,. BEXT

p={11}
[l

BT RBREKFNID T MR AN, RIRI=2—T 2885 L Thb

A
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24 BFRICITFBE X, dRIX E BICEIRIENSE S L. D ORIFE S ZE LT,
ZIRIESER, AKX ORPEMERIT 12 B T 10 mL T, ARBREIFE& T £ TIZIEIH
EDR AR L) 72, TSk U CTREBER ORI EIT, 2 IRIESCEEZ ITRRE
X T 5 mL/12 hr, HREE X THI 2 mL/12 hr & tBRIX & B D &g 0 b 7 BN
boTe, DI E & LI RPRMEIT DR <R | PIREX TIIRR I =2—7
$EE 36 A2 1T (RTR BE X Tl 48 RFHR IR AR T AW IER S HAG 9 | okl
(CHREX T4 2, RREX T2 BA R REPETE RVIRIBIC R o 7, 2R
JEX TITERIR T = 2 — T 2 4451 36 IpfH TR & 48 RFfER I Z MR MBS S iz, IR
FRAOERNZIEER LT IR R ERIRIZ L > TABM SN TER SN D, S BIZER I L
JFEPRIZIRANE CTHRRIE KO ST, HAEBIZR E LTHRt S5 (Picone etal.
2011), 7o A=A VU BRERIC R D B S N URIT, BRI L BlESEEG AT,
ZORE RN L7z b OO—EBRMENOHH S, MIRER-oTEEX BN, *
Tz IREEME O J & 2 VWIFIR D34 S PR R 72 < 722 o o DTSR ERIR DN 58 A 52 1T T
Z D AHIBHERENME 2 < 720 IR EDHAD LToERE Z o7 2 LR E T,
Mingeot-Leclercq & Tulkens (1999) (kb & v F~A vyl I/ 7V ay R
FROYEITARKKE T A S 7% TARME LGS X 0 #ilapic i iAEn 5,
MBI TIEY Y Y —LZRVIAENZ ORI SE, RAR Y ANA—BEHEEL, &
BIZI Far R 7RI/ n Y —AIlbEEELLEXTLE >, 20D DORENEEA

OMIfEFEZ IS I L, fiRE LTREEENEE 5, SO a1 ORETHREED,
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B HWE S DIZTRALIER D G| S Z ST ATREMED =0,

3.3.3 MR

e, FIREXO 3 A MigH O~~~ 27 Uy MEIZRRX & g3 25 & AEIC
KEFLTW= (p<0.05, Fig.6-a), £7-., ~T7/ 0 U BEIIRERENICEDT S
THE D ST, HEEND - I-DILEBRER DA Th o7z (Fig. 6-b), —f&HIIC
FETIRHIIC £ 2 M &R, FEENIZ T 5 KOOI, ELEHE TH D
g ComERDFAERE L ENRETRMNEZ 5, Lo X Sz, AiFgETiEsr
g~ A MERENE GRS, SOBENBIE SN RO MR O R & Ght

TERDE TS AVVNCEB SN A THEMKRBICD -7 2 LRI NT,

3.3.4 AZRuITRILEBT U E~<A v OREFME

R %2 GCIMS DIIEIZ & 0 i S 7z RGO 5 B3 49 WENE
P NTo, EMESNTARE OEAE L AW TERS T 21T - TR % PCA A
a7 7y b kR LE (Fig. 7). PCA 227 71y b Tk, PCL J5 A OEMN xR
X, EEDHANCHIRERX, 2 DORKITHEEN TIRIRER N ZN LI Y T A2 — &K
L7z, Fig. 7 £V PC1 N #FE IR BRI R X G RN D03 8 o T2 72
PCLIZ A NZIT T RBHEBOMI AR LTS LT L, £72. PC2 Fj~D%

7 =T TIOR3 B I S IR Do T 721 DFERA T 138 L &HIBT L7,

43



PCANLELNIza—T > 77 1y N Fig. 8 IZ/R L7223, FRIZFEHR T - 7= R
PRy PCL D5 HEC IEOFRI T, E#RCH 72 b ONADHBETHERICHS L
T\,

B OBIBO LR TH 2 RSGERENITZ V) 04 /v b= R E
DR D72\ (Fiess etal. 2007), ZiL 6 DOIRGBIEFREIMEIC L - T, AT
BELIZHXIG L TCWD, Fig. 8- Li-a—F 477 ay b, PCL DoyEfIC
FEICFHFEGELCWIREFHO S B, 2T ) v A /v F— /WX EBBEREKFNIC
T LML O FHTA /¥ F—/WEmEFEX & b ICH RIS L Tz (Fig. 9),
TS O OFENNTEHERE O HRIGIC K 0 IRBERE S IEF B 72 < le o7z 2
EEEBICEABRLTWA EEX DR, 3.3 2HTHIRARZL T, Forr~wfv
(CHREE ST 2 A VMK e EDNE E DR < R b, ORI HiHEE DN B
(TN TRV NIRTBIZ B o 728 REEFEIC D 2 MBI EE O b, a1 OF
ik 1232 3R i TWAIATZ TR Te 2 ERRBR I T,

72, PCL OSNBEICHBICES L TWeAh=F ., 7L T7F= RER
Sl FRCHRER TN 2R A o7z (Fig. 10), = A IIXERRIREERR
T EB 2 b5 (Felskie et al. 1998) 725, AN =F N FRL L RBEIELTZDD
FRIMRHE TH Y | MIEFOA N =T L RFEOBINTBIMOEBE O b & BT
<HREMET X, BRBEREKTHICERENM L R DI T, AP REN RERE

WS CCHEImL 7z B, £7-7 L7 F = IIHRER O = R L X —Jf & e b 7
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LT FUonREtSnic & SITERT D2EBBEND 1 D TH D P, BHFRERET A S 4,
PR EJETHRA PRI S D, LinL, FuF~A VU BRBICE D SRERIERNBE L, 45
(ZHREE X COSRERIRBE R HEA T, £ O AHIBBEREDS IEF 1T 72 o7z Z LI &
V. 7 LT F=r bR STITRPICER L. T O MR8 L 72 TRtk s &
W BREHT Y T F OREFRIE OMEITIC K D2 BEIROBERBIK FIc K 27 LT F = R
DEMEBELTBY P07 LT F=  BOEHNBEEEORIEL L THYT
HDEMELTWD (RF1962), £7-7 v~ A v & ARRICEIEE 4L = 4355
ThHOLVATTF 2B T T 74y v allBB L CTRRESFZHEEIEDL L MfDs
VT F= U RENREIM L7V #HiESHH Y (Hentscheletal. 2005) . Z L6 D E D
FER & AR RORERITR S —FH L Tz,

H—7 4 77wy FTPCLOEEIR L CTROMENH > T2REHmD 5 b
7k — AW NVIFUg IAFI U S Er—L—3-0
iz (Fig. 8 ® G3P), =L AT r—/L I, JNva—ARl ZOxEAENIEE
RNEWIE, B E WOl L F—ERICEET 5 6 DO Tho7c, FI MV T 77
> (Fig. 11-a) & TCAEIEEHND T & F /L CoA DAERKICIELS b - TWnWb 7)., —3x
R —ERITIEIRPE RV TH D, 2 b OREWITL < THE TIERN- T2
b OO, BB EKAFHNCHED T 28 RS, FRICFREXO 2 A TiEm ¥
—AREHEMET L TWDLOTIE Ry e PRI, 72, 3-t Fu X U FgEE

(Fig. 8 ® 3-HB) (% PC1 IZx%f L CIEDMHBEZFF > TWeds, Z ORI fElE %)
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Oz R D TRV FX —ARERNREIC, BRI LTINS IR AEZ > Tz
RNFX—ERRPITONDL N, TOBRIZAEREND D THS (Kokushi et al. 2010),
AW CITRBIREN R 72 HIZO0 T, 3-8 K VEEROHIINA R Hiv, FEH
REXIZ= Y br—VRKICx L CHREREMAE LW (Fig. 11-b) Z &b, 7
A—2ZEMEDIR TR ENOHRSRICHKRT 522V F—MET L, 2 AKNT B
FRAEDNEE Z o TV 2 L AVRIR S LTz, BB KIZ—REVICHEERREA R < i< &L AL S
NHBLTH 5 (Drew et al. 2008; Salem et al. 2007) , AHFZED R FZ A5 b ik eT
ToTWEN, ZTOHEIT3 AMEFEL . ZOMOMATBRELAEZ o7 L 135 %
(2 <, BRIZHR 2 132 A OFERIREBIC B 1T 2 M ORI B 2 #d L TR (EAD
5,2011) . ZOREREGDETEZTHLARO BELITT v X~ A 2 RBFTITL D 5]
SEISNTHBELE L EZ NI ALFEWEZERIZL D pRRILOFEFITZNETES
PR ENTWD, Fig. 12 1R LTz 7 = e OJRERAFI 72 iR AR T IIMERE R DA
HOEREDMET LI SITER LTS L Bbiviz, £z, a7 TCA [H
N TR =3 L CoOA B SN THER I D3, A7 =T/ CoA & Z DRE L
D -7 N TNVHVEEL, TRLF—ARRRFC TCA BN 7 = i) b ORI
IR, KRR T X BRI NAERSLS (Kokushi etal. 2015), 4§12 TCA [BIFEH
TIX ATP 72 EDQO =RV X —ARN 2-4 % Y Z V2 VBRLEEORB TR Z 5720, fif
B D ORBHBEAEDE T L2 X207 2 BOFHIZT R F—HEKO

7-DICIEFICEE SO L 725 (Kokushi et al. 2015), 4 [A], = N7 E&) PCL 5D
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SYBEICIE DRI 8 o 7o Y, BB RIS = L ¥ — AR E N H IR R, RN
DT I BEDFEMBAYIC TCA BIRICRA I, ZORR, a7 BEBSFICHIREX T
wWinLize&Exoni- (Fig. 12), £z, 7~ EEOEHL PCL OEEHCH L CTHE
TIER o 7228 (p > 051 THEE 728, 7~ /Lg% p=0.45) . HFICHEEX Tl
SHHRXIZH L CHEICEML TR Y . Zhida 7 BOARENRERTFIC LA L
el a2 TR Bbnd, eXAF TV VUV BRICHIREX THEICHEML
Tz (Fig. 11-c, Fig.11-d) 28, ZHHIX TCARKICHE AT HT-DDT 2/ ARk
REWCHWSND DI AR E DX 37 B &5 U CREMAIC AN THAR S
Ay fe R & U CIEF R E NI L7 v gD o 5, ZO X I ICERBEX THEF LD b
(AR ZAT o TR =RV F— R EAT > TWDIE, T 2~ A v R
ZE VBT TRRDOETICREEZ R L THY, a4 RN THEEMES K E <L
ENTWZ LITERT 5 & B 2 bl FHICPIRERX OMEKO RN TEE D fio
HOMHIMMNABEINTEY, ZNLDEEET DI KREO TR LT —RNEAI N
ATREME S & D,
Fig. 8 IZBWTHEM T ENTZE LIS D T~ a2 F LT ARG, PC2 5 D57 E
ICABICHE LR TH L, 20 OREIIFHIHATICEAF(EL, EAE
IR A FE L TR SN D b ORERE R 5723 PCA Tid PC2 J7 1A TIIFHERY
ROBER L DN Telod, Fru B~ A Vg E OBEITEN O S AR,

INETELL OHHMBERERN 7 Y Pharmaceuticals and Personal Care Products
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(PPCPs) DE=% U > 7 PTONTEIR, EiRETHRHINTZAIEHEY £
W SHIZT U ESA v DE=Z Y NI o PPCPs KV b iENTHE
UV CBREE KIS LTV D L IEE 212 W, FOKEMEE (50 mg/mL) D&
SRELGDLETERD L AEOPERB TR O L) REtEEEER O TH

REi CA U D AEEMEITEF ITIRWEA S, SEIOZRERBRTIX, o ¥~A U0

&

DI b A ERRBOLITHBELER DI ERghollcw, 5k, L FWE %

BICLDABEOBRERELHRDL ETOETAMEL L THEL TS EBZX LN

—o

3.4 £¢®

INET, AEEZ AW ERER O E BB I SN D gD A

h

[ZBH9 228132 < 72 3TV 5 (Reimschuessel et al. 1990; Bacchetta et al. 2014; Ribas
et al. 2014; Salice et al. 2001; Hentschel et al. 2005; Cianciolo et al. 2010), L7>L., 215
D2 ALBIEAHRR OB MM 72 EZ T2 b OBIE L A ETH Y | FEOE
PRI T & 2 WIXBEIEHERR OB G - TE Z 2B EB 2R~z L A &
AN

AWIETIL, T d <A v af IZJ@ENES L TRIROEREIR T CHEE
HEREISE 0L EOMBEFTORBY 7 0 7 1 — NV ERD LR aIZHND

HEL QR AR, U~ A U BERBORE. REOREADCIMR ., i,
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NE BRI 72 &S BLES S AL, 200D DIER D B BT 2 A ORI A 21T T D

L ERR LTV, £, T REMOLEE )G, BlED EeMEETH 5iR%EE

PRI ET 2 T oA ) M=V EDB T U E~ A BRI R

M3 2R STz, i b ORI LB LB D12 7L O BEREAR T 7~ B K

PIBESTWCZEIZEELTNWD EBX O, SHICAN=F LRI LT F=2,

PR3E D BFE X TORINE, BN ORERMEGIC L 0 A@EEAME T L, 2 5406

MDES A~ S P I P RE S ER L2 2 L AR LT,

TRV =LK T 2RBIOL LT v Z~ A 2 0 BBRREERFRIIC

WA HMERP RO, ZUHITREICL DA/ DEE LIV BEIVEZ DR LF—

BEMETHSL I LR L TN EB R BT,
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WAE AZFnIZRIZXB oxyPAHs Dt X & PR~ BT

4.1 HHY

9
=

93 ET, AXRn I AENTOA MYEOREE & SEIHT D E R

?@3

DOA[RetEZBR Lz, AIE THRR72 XL 51, A Z AR w I 7 AENTIEA I 7 285D

1 S TCEHRMORZEFM-RE 2 W, mIERHl 722 SRR TR RS TV 53

MIETH Y . EENONE OZLB G @2 ERERICIE L ERNOREZHENT S

FETH D, MRERICERNOIED 2R~ D720, IROFENL S AF - B

DIERANTEDLLEEZEZ LTS (Salek etal. 2007; Mellertetal. 2011), L ->T. H L

RN OB r T CRE 2K L2 A IR THIIX Z ORE 2D 720121

il 2 DEFITF L TL D1 OMBRZAT I MENH ST, A XA w7 AT —

RERAITZIE N O DOEEL L TIZ 5 Z K5 AfREMEZ > (Kokushi et al.

2010; Uno et al. 2012), fCEEIESRITEE FIE#® R & LD X6 HN D72

WA, =TT AERELE LT EEERE 0L S EMEZE L T

L TWDH72D, L DAY L TEDFERELATE 5 LW I RRERD, I

FETITRIFSO W E R EA~OBRBITZ1T T < KERETISB T 215 5E &K

A & DR EAERIRC KA Digas | 269 D BERESC RIS I DBREE Y A7 D2

BSHiE & L COMRBIHIE A TR Y | xRS 5T\ % (Samuelsson et al.

2006; Picone et al. 2011; Olivelra et al. 2013; Liu et al. 2015),
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B2 EOFEREID, oxyPAHs 23t A X RO FAEFI A e BE 525 2
NI Dol FOERE THLMNITE o To, £ TARETIL, ROFAEIC
5.2 D885 X0 FENCHR D 72012, B A X HIRICE oxyPAHs % F N F K55
L. oxyPAHSs (T X 2 RS A2 O RIS /3 2 50380, BRI K VRS o
OB OER &AM AER) & OBENM:, S 512134 oxyPAHs Dt A & ) RICKE9

HEEOIE « FHEMEZ, A2 R e I 7 AT AW THOLNZTHZ 2 EE L

77,
4.2 EBRFH
4.2.1 RIE

FBWIRB L OFRBUKOSHTICITHE 2 221 HEF U b O 2 Lz, i)
SAEY AR T DB L RIS A & 7 — v (Rt ath) 13
HPLC ot &M L, 7 mudr s (BHRb A HRat) 1378 3 PCB o i
300 f5ifE 2 vz, FERLANCIL o-AF Ve KRR LT v E=U A=/ U R
(FRoEMisE T3k Al Aie—#k) . BV v (Bik) (BIE(bF ) & v
T, A FF T 2MEANCIE MATFA+1%TMCS (—E7 4 v vy —Y A =T 4 7 ¢
v 7 BREEAL) BV Z, NEBERYEEIE 2,2-0 A Fv a7 B (RS TRk

2t k) & XU RTF UM-dy (7 =3 URRARAE) 2 LT,
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4.2.2 AEZARu I 7 APEFMOT-HORERR
AFRBR TlT oxyPAHs OFFR B A2 TR D -0, HERBROME R EZ B E|C
A X RE I T AENT D72 O ZGZR R %2 LT OFRMTiTo 72, RBEstg s Lok

ANQ. BAQ. NAQ. PHQ ® 4 WE L L7=, {WE D ERBREEIX

ANQ : 5000 pg/L
BAQ : 500 pg/L
NAQ : 200 pg/L

PHQ : 400 pg/L

& LT, TNORBEIRIEITN 2 ECIREBAETE N2 TOMIC A SN IRENDIRE L
7o FT2ZFEIXLISMT oxyPAHs & DMF Z i1 L CTW R WERIB KOO RIRIX L | fid
BH/KIZ DMF OB 2RI L2 D 2 > 2 ZhHE LTz,
OXyPAHs 1355 2 % & [FIRkD 575 T DMF [ZIRfif S8 T, B KIS LT,

T AKZEE AR 100 mL Mz, ZREHEOE A X A 25 JHT2INE LD
D% 6 DHE Lz, 45 oxyPAHs Z & #» DMF ¥R DU T K FIE 2 100 pL/L 2
25 L0 L (BE/K 100 mLicxh L, 10 uL i), Ziu s 2R 24°C, JE/E
X 14 WeR:10 WERE (B BE) ICRRE LToA X a X—F N THE L1z, RBoKidE

K L, BUKRI%ZIZ DO, pH, /KiE OKiE : 24.7£04°C, pH:7.7+0.1, DO :
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7.310.8 mg/L) ZMIE LTz, HUKk%, B HBMEE N TR ATV, JEIRA B R,
Yo7 I3 RERNE, 6 HAETHERIT 7, Y7 7RI Z 25 {8
FToOBRBRL, HO0UDBELEZ2mMLORY oL rflef 7 aFa—T AN
T, RO ERFAZPE L7k IRIREHE THEDIZHR L, /947 £ T-80°C THRAFE L7z,
FRBR K D oxyPAHSs JEEE 2 I E T 5 72 DICRBUK OFIFIE % & 1 HRGE% OBUKAT
DOERK % 2 H I X1 oxyPAHs 252 X ClL 5 mL 7o, kPR X & JAEE X1 30 mL 37

BHLL 7=,

4.2.3 JKH D oxyPAHs B EERIE D 7= 8 ORTLER & 34T
oXYPAHSs i EEAIE O 72 0 DRIALEE & S ATIZHOWTIE, 2. 2. 3T EF LFIET

ST E AT 1,

4.2. 4 REDRNE DT DRI & o547

BRI LTe AXTEN ATz~ A 7 aFa—T72, Z7ark/Lh 260y, A
4/ —/L 530 uL, #iffizk (Milli-Q) 210 uL & En 2z, WEEEER'E & LT 2,2-
T AF)vansfg (200 ug/mL) % 100 pL iz 7=, ZFHUTEL0SmMm DY a =T
e — X% 1 DAI, MR 0 LT, %, 7 /b A 260 pL,
Milli-Q210 pL Nz 7=%. 527 mud/ba 500 uL iz 7=, Z ORERK % 10

Sy 5rffE (120009, 4°C) LT, EEDOK A Z ) —AMEZER L, #iiz/e 2mL
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D~A7aFa—T~B L, £ II2200 pg/mL @ I U AF L iE-dyr /KIS % 50 pL
NIV, BRI A ZWREANT, BRICEKZWE Sz, I U 2AF I GCIMS HlE
KED S A Lvy 7 DO DIREME & LTI LT,

WA[E %, FREIC 0-AF /L Faxi L7 vE=yh=ral) Rdmgia U ¥
Y (BA) I mLIZE#E L7 D% 10 uL iz, 7 4 — & — N AT 90 4 filfE & 9 (30°C,
110 rpm) LTA RF¥ v 2MMEZEITo7, A FF v LB, MATFA+1%TMCS % 90 pL
Mz, U4 —H—/32C303iEE 5 (37°C, 110rpm) L, U AF /L U L (TMS)
{b&1T o792, TMSALE, ~FH % 100 pL iz, 54048k (10000 g, 4°C)
L7ct, Rz 10 5 L, GCIMS AlEIZHE L 72,

IR O %0 &4 5 7212 Agilent Technologies #E# o> HP6890 D 4 A 7
m~ hZ7 7 71 5973MSD H BT E A L GCIMS ZHWie, B T A
DB-5MS (30 mx0.25 mm, f&/E 0.25 um, Agilent Technologies) % Fv 7=, HIEIX SCAN
F— N TITo7z, EARERET 250°C, i HAHE IS 290°C IZRRE LTz, B T LiRSE
1% 60°C T 1 43fifRR: L. £ D% 10°C/min T 60°C 2> 5 325°C £ TH-IR%., 10 /LR
FrL7e, o7 i3t — 475 (7683Series) I2L D 1uyL = A7 Y v b L AE—

FTHEALL,

4.2.5 KFPBEDOT —ZLHE

IKHERE DT — Z WFRIZHOWNWTIX 2. 2. 4 TH L FIEEDO FETIT - 1,
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4.2.6 R@EMHOT —F LT XU

GC/MS kv &L MS 7 —# X, MetAlign™ (ver. 080311, Wageningen

University) Z MW TE— 27 %217 - 72,
MetAlign™ I L 0 5 5= OK B — 7 i Z . NI 2,2-F A F /L any g
DY —7 EEEMOEI THEE L, £ TIC 10* LEA LU FORGHEITIC AV,
IRBAMFTETIL, 2 OIEAEAL LI-REW B — 7 =R ORBDIRE & L TEN
ZHOFHM R & &21T > T2,

MIE L THLNREIFTRE TERRIT, oot (PCA) & —xiliE
AT (ANOVA) % R S35 (http://www.r-project.org/) =MW TiT->7-, &6z
PCA 2a7 7 nm v FOFERE HISAE LT, oxyPAHs &8 OERNAHNIT T 25
BOAELF~TZ, SHITEMETE 7 48 WEOA MY OEEZ XHRIX & REFEX T
e L, RSN Z LI KDM@ OLET), 3720 A O & 8%« DR
OB EORBEMN G | b A X A IROREIRIE~DOFBEAHER U7, F 7t
X & BBEXFOBENEZ, ¥Ry POZEBIZEIVBRE L, 3y MEElL SPSS

14.0] (IBM ft) ZHAWTHEKAE S TIT- 7,

4.3 WERBIOVOELE
4.3.1 BBOKFORE

% oxyPAHs D 7K HREEE D SERNEIXZ v 41, ANQ (X 2806+35.9 pg/L. BAQ
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1% 467-213.8 pg/L. NAQ I3 167+45.8 pg/L. PHQ 1% 323+53.1 g/l Tdh-72, &TD
ZBXICB W CRRERE L 0 ZREITE - 7228, BB, K& kgL,
DR oT272, 2 TO oxyPAHs (2 OW T —E D KT Z /R T& Tz

EHIWT U7z, F 7o RIS K OVAE X 2> HI1Z W 37700 oxyPAHS & iR H S iu78 o 72,

4.3.2  FERRGGIHT OFENTRE R

GCIMS DHIEIZ L W i SHIREW D > 6 48 WENEME SNz, EMES
NI A ARE A 2 O T R T 21T F P30 X & B TR I ) o
(A E B D ZE RN T2 o T DB Te, E ORGSR, SR & X T < D00
RIDEEBIRONTZHODOKRELELE L THAREMWTRL 271y MEICE
T AHEH R BEEZTRO N oTo, TOZ b, BB T, RHIRX &R
XTI A O R X I 722570 0 o 7 & HIBr L, AR OFE R CIRREE X O 5 %
AWTT — 2B E2 1T o7,

WX & H-ZBEX O 0 HH2 D 6 HH ORI 25312 U CEMD O 21T
STefEiR% PCAZAa77uy b RITRL, FHTEICT vy M L TEDEY)
2 0 HEND 6 HBIZHT TRTEE | BAEDHBIZ i /-, ANQ Z#EHE T3 PCL
FFNCERIE X & R & i TR 2 #iv 72 (Fig. 13), 20 Z &6 ANQ &EFE TR
T PC1 J71A)ix ANQ D2 % 7R L, PC2 I3FAEIT > TEB L7-R@MZ R~ L Tz

T L DRME X7, BAQ FRERRE & PHQ FREEREIL PC2 TR X & K& < Bffdu Tl



Bz 7o, £72 PCL DA & EMANZ 23T TR WIS B2 Z & 2
5 PCLIFFEAEIT - TEB LR A /R L. PC2 1L BAQ & PHQ DZNEFN D
BAEARL W2 EnEz b7 (Fig. 14; Fig. 15), NAQ ZEHE CTlIM > oxyPAHSs
RBRE L BT B LA &R E EERL TRV 2R\, PC2 7 T BfE AR A il
PC1 HIANZIZFE AT PCL I O AR & E~FUR A BN Z & 226 PCL 3%
(RPN L 7= . PC2IZNAQ DA R L T\ = Z L3 E 2 b7 (Fig. 16) ,
ZIUH D PCA DR 545 oxyPAHs BEEHE CRBELE LK L T 5 PCL £721% PC2
FIO BT 53 23 2851 L, oxyPAHs 28212 K 0 M3 1T 7= 52 28 & SRR

FREE L 7=,

4.3.3 ANQ D A ¥R u I 7 RENTIC & 5 FEEHH

ANQ EFFIZ K » TEHE) L 7oA OMREHR B~ OB 2 L0 SEIC D
722, PCADLLELNT-r—T 4 7 3L ANOVA OFESD 6 IEBHE - ANQ
BBRIECHEREN RO AES O LB 2~ T, T ORR, L8 L TW 7Y
TEE LT, D) = —ARk, 2) JRFAREFE, 3) #fnEME, 4) 27—
DA MBREO LD ENE 2 B,

TARNLF—D 1 DThH2 ATP IX TCA BRI TEDOR DAL S NDHN, v—
T4 b, TCARIRIZBIT S22 7 (p=090), 7= (p=052), 7~v/L

% (p=0.63) |Z PC1 HF D BEIZIRWEES 2 & 0 | TCA [BIEEN T ATP ZERRIZA] & 2>
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DN - T- LISz, £7mu Ay (p=043) NN U v (p=0.35) Lo
T R BT uyy (p=088) TV == T T =2 (p=059) DX ORFEE
&7 X 78S PCL OSBRI Z R L TR Y | RPN W T
LV ABICRVEZ R LTWE (Fig. 17), FEET I BRSET 2/ 1T
YN DA TR F—EICHHRAIMATH 5 Z & mbhTnd, £z,
R NT VRIS T 2TV CoA AR EIL, ZDOT T L CoA 23 TCA [RIFIZHEA
SN DRI =R F— LRI ST 5, S IS NVE I VR EIXT DR
FEAED -7 B TN NBAERIZHV S, #RE LTZED%D TCA RIFENO T X
NE—ARRIZKEL FET D, ZOTNVE I VIEEAERT D200 T 2 ) BROF
AL B3 TTHOIL S (Lietal 2014), ERlo=x VX —/ERICBE 5957 I / BRFEIT
WLV ABIERWVEEZ R LW, 721 HEANPDG 6 HEET R T U (p=
-0.68) IFAEICEWEZ L] (Fig.18), 2N HE2ETOEENSL, ANQ BFEIZ L -
THREPBEE LV HZOZRVF—BUELE LT, EBx bz, SbIC
—T A TORERLY 7 va—2(p=0.79), 7va—RA—1—Y i (GLP) (p=0.62).
JNna—RA—6—Y Ul (G6P) (p =0.60) &W\W-o7=HEfEIC Y PCL D4 BEIZ TR
FMERHY, CNHOEENIRELIABE»DL 6 AE X THEICKE,»>7 (Fig. 18),
TV 32— A DEEFEX O OB T B DAL DAL, 2 OB EIME R 2R LTz,
G1P <° G6P &, ZEEEAIINIRUMER 28 W S AL, #EEE NI THIME R 23 /L STz,

IR TR, BAEMIIZIBWNT TCA EIZ L5 v F—/El LD & HEN B S
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L7 BEN O = RV F— RO BEERNIITON D Z & hHmESI TS
(Boulekbache. 1981), = > = & 7365 ANQ RERHCBIZL S T-, FAFMNCI T 2 b
FOPWMNIZRNVXT—REEZH I T2HODO LD THY | IRHFTIT ANQ HEHZ DI
(ZHRHS T D72 DI =R VX —PNUE B TH o722 D FE X BTz, ANQ
DFBORMKE LT, TRAX—0OW L R DINEOMENFT 5N 5, ANQ 2

VIR RN X —ER LT & IO NDOREENH D D TRV NEEZD

FIRIEERE E LTEI Z VX I R (p =0.85) OBEKRT X /B,

v-7 2 g (GABA) (p=0.86). 7 U (p=051) % PCLJ7HD5yEE5R A
BE2RH Y WX LY 1HAMS 6 HAZ THEIEVMEZ R L, 4 A OES) & 1E
P & D EIFRFITNS NS D TH oo, LRLOMRMsERE & LTl < S
1. IO & AR IR DT A E 2 O W &Rk % (iang et al. 2015), =
NODORBPBEBEEX IV H ANQ BEX THICHEITE o TWHess, Zhid,
AR THITHRZEDE L LTHOOAIT TR ZRAF—REDTZHIZT R
F— A BRI T D 72O EDbIVR R & U TRMERICHRAR ED B D 5
[ZIREN TN DT, 8D WIS NOTE THIEA TR EELZAET 5 & 974
REL T TN Z EAREME L L THE 2 b7z, MRS AR R s W Tl
ER@E 287D, ARSI EFEIC oMb T 5 2 & TERME ., D & DOligds 3%

REND, ZOMREMENAERZEZ & B0 RSB O, D L

59



mrc

DEBLEG| X ZFZ LA M5ITVW5 (Wang et al. 2006; Dong et al. 2012), ANQ %
T LT-IR) BIFHEO B OB 2 L7 TR b Lz 2 &2 D |t
(CEENE Z SR H2ICBE A BN D, £ ANQ RERITHIT 2 Rl 22 fRH¢
VMOEENE LTT XV BEOBYRET NS, 7 BEOBAIEL, TCA [EEEA~
EBRAT DT T BEICE > TRESHELZT i - 3E - ik - #ae
BEET D120 D F ™7 EAE RIS Z K LTZATREPE DS L,

RETIRT =7 2 EEWRET oM, JRFBMEEE 280 L TIRFE~LMAH LT
P2 2 bbb TV (Fujisawa et al. 2016), HrlCpfalz 72 D & R FE R
A 2R BB MG SN MFEN LN, ZDIE L A EPIRIZBNTE BT 5,
ZORBUIRFBRRAZB L CT Y E=T 2B T257-0ThLERESNTND

(Korte et al. 1997; Caidovic et al. 2014) , ZEFRIZ ANQ IZ&FE SN IRFIZ B W TIRFE
IR S92 RF%E (p=-068) 7/ LT F =" (p=-044), T/L¥=> (p=048),
AN=F> (p=080). Z/LK I (p=085) 72& PCL HH~DNHEHRL A
BRI, RFESLT LT F= 3R EICHFOARICHEMLTEY , TrX=004
N=F TV E X VR EIXEICREERE L D A BV MEE R LTz (Fig. 19),
TAXZUMBIRFE AN =F O PAERSNDN, REBEPBIUIHIML TWeZ &I
XU AN =F AATRAEINE D REREEBD RN ST L ND T AT = NBIRFE~
DAERPMEE SN ENREX DR, 202 b ANQ £ IC X 2 kOB E 72

ENER LT, @RI =T N ER S, TR EIRFBFE TIRF~ERHL TV
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Tl ENREBEZABND,
Z DT PCL ~DFRVAR N B » TEREIICT A a e gl b Frd
2 U URETONTZ, ZnBIEa 7= U ERICEEL TR, Yr) &2k ReXx
7a ) UKL T DBRC T AV B VAR L LT E SN, 2T —
ATERME DTGy & L TERERZE 2RO IEHIZa 7 =7 URESh
Rino e a, BRME ORI 8 % . MEFEDIRR & 725, ANQ FiE
SNTEFOTAanve o (p=041) e Fex7rnlr (p=065., 7rY
¥ (p=0.70) IZIFBRVFHBIN B 0 | Z A BIEF BTV BEIZHEA LTz (Fig. 20),
ZOZEPL AT URRBNRELS L, EER 2 T = U RAER ISR T RnZ &
WNEZ BTz, TORBE, BRI OFKALE S, JEE O 0 HR KA

A FHEOE M, B ODE 7 EOSER DI AR BN DO TIZ e n i EE 2 v,

4.3.4 BAQ MDA X Ru I 7 AEHTIZ X % B

BAQ #FEIZ L - T, RFELIIL O & T HRFEEKICEALGT HREHWHR K& <
EHL W, B—F 4 VT ORERNG, JRFE (p=-096)., 7/F¥=> (p=0.29),
7Vv7F=r (p=073), Ar=F> (p=063), FL¥ Il (p=081l) TPC2
FEDOEEE RNFHEANR B o T, JRFE, TIAF =2 7 LT F = 33BN
flmz, FN=F I NE I IR EnEEn s Lz (Fig 21), ZDZ

&b BAQ iR DT X o TR THRIELCAUHNT & 2 Rl 22 FRIR I A - Tl 72
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T UEST AR Z o TWIZATREMEN S 2 Hiv7c, & BT, PCL MO 4rHfEz
SRR H o723 o (p=-0.90) A v (p=-0.87), 1 Y aA > (p=-0.90)
EWVD T I T X BRI L b A B S  FRCR AR ZORIZEAD LT
W2 Z e B BRERRR, & D WIEEIUTEE LTZARR O 0 fRIC K 5 = R L X — DA RS
SN BEEBEZ > TR H 5, ZROORBHIC L > TS HIZT v E=
TIXBFNCAER ST ATREME N & 5,

FT ANRTE R (p=0.68). GABA (p=0.80) NFEAEBMICAHE 2B
AR Lz, =P~ RACBWCT VBT 2 RB LS NLORBINT 2/
S 2B LTI NE I U~ iG S s 2 &b TV % (Sanderson et al.
2010), ZHUTEEICKY a-7 TNV E NP LT L SIS X UlkEE LT
TARNF =2 MG T 5D I DS TH D, ZNHDZ ENLRETRICL>TRE
AR ENTT =T O, F 7213 RV X — RIS ND 720D 7V F 3 Uk

EHART DI, T T =0, T AT X UEE, GABA DNAEGEIZHAD LI-Z £ E %
LTz,

ZOMIZ ANQ BEREL B L-B X L L TR ONZOBMRIBEYEE 2T —F v
R TH D, FATHRICBNTET T 7 4 v =212 BAQ % i L 2B RIARIT AR
CEMENPRES LB L TV Z ERME SN TS (Elieetal. 2015), T r Y X
T2 VT T EEFRET I BEIL R XU ERERT D L& ORI

ELTHLNTWAEN, BT 77 4 v 2 lZ&B LB, F—RI0tn b=
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OB R S 7=, Gestoetal. (2006,2008) (L=~ AT FED PAHs Z# &z L7~ &

X U ADOMICBNT R—RI oot h= 0 BN BE SN2 2L MM LT,

Y777 4 v 2 X PAHS IZ 8 S 115 & M i ia |z s

i

2L, L oHED
&% (Vignet et al. 2014a; 2014b), ZAL5H D Z & 735 PAHs ([CITHREFMENH 5 & & %
SN TERY ., PAHs EHE&ENELL L TV D oxyPAHS 2 B IEI7= 52803 % 5 O Tld 72
LA SN TWS (Elieetal. 2015), ##MEWE TIEZ V2 X U 8° GABA, T 1
VUMABILERLS, IVE IR T 2= T T =2 MU TN T 7 TR
MLTWe (Fig.22), 2 HDZ &b AEFFETH BAQ DIARH Tl & > DR
WE2HIERZLTHEOE LRV,

t 9 15, ANQ LB T H2HHERE & LT, BAQ ZEHTH 27—/ R
B> TWAT 2L eVl (p=-065) &b FuxsFulr (p=-034), 7
2 (p=-0.71) 7 PCl 7D EEIZIRVAEBEI NS AL 64, 26 OfREIT A TH
AT LTz (Fig. 23), ZOEEBH S, ANQ #ZEIELF L, 227

— T UARERPHEE N TV TRV E PRI,

4.3.5 PHQ MR ZRu I 7 RENIZ X % B
PHQ &#E#ED PCA T — XX PCA 227 71 v b 1T BAQ &7 & 5 72
BEfiNCTR Y, B8 LB HELI L Tz, PHQ RIS & - TAH) L7 FH

A & L CTIRARIKICBE G 2 @A BET onlc, v —7 4 Y 7 ORER LD |
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Fn=F> (p=-086) L7/ LT F=r (p=0.78), V¥ I (p=-038), JR#%E
(p=031), 7/¥=2 (p=059) |FPC2 HFHDOLEEICRNEREZ R LT, 714
SV, ANV F AIRAEIESEEIH E D Ao oo, WEX XV FICA
B, RBIZRT X =0 7 LT F =3I AE BRI R &R L
7z (Fig.24), F7cm A (p=-0.82) oV v (p=-0.88) DL 5 7nlk7T I /g
RF vy (p=-048) 72 EITHWMEERH Y . ARIEVVEZ RL TWe, 2 b
DIEH) T BAQ BT LI L TV 2 &b, AT O Z LR H DR R
EORALERIZ L DEBEMTONATWEZ ENBA LN, MRZOWBBRETREIZT
Eo=T DB SN ATREENE 2 BT,

TCA R TILT = U PRUSMIR E REMD R SN2 o 72— T, ik (p=
0.52) (T PC2 JiTaID 3 BEIZAEBA & 0 . FEAEITHEVEIN L T2 (Fig. 25), Z DL

B2 D INTIBIIIIERICE DD THLZ ENBEZABND, DF D, PHQ FiEIZ

%

Lo TS D JEK TR A EERFINAEICHE - Tz 2 & N ERI S 7z, B BOSE
TR D L BRIIRIERIC L D VNV a— 2D R X — RN 5, 0 —F ¢
Y7 X0 T a—x (p=-0.74) 1 PC2 HHDBEIZHRWVABERH D | 73— AN
RVMEZ R L2 DTV X —E D T2 DI E D' LT AIEEMENRZ 2 T,
72 TCA RIFEIZIRIT 5 7 = U FRUN DA R E BTN R 5N 0> =D
BRRHIZRIETIZ L D TCABEBEOMBEINE Z > TV ENEZ BN,

Z OIS G EBN E LT, TR UfR (p=-066) b KR
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¥v7uly (p=-040), 7 U (p=-0.57) 7 PC2 FFHD5yEEZ WA N & -
2o ZTHUDIIRAEIHEDNARITHED LTEBY . BRICRAEBHICRKE LT L TV
(Fig. 26), Z4UL ANQ & BAQ [Alkk, a7 — 7 U SN IHE SN TV AIREENE

2 BT,

4.3.6 NAQ DA X Ru I 7 REHNTIC X 5 FHERH

NAQ & #EIZ X » TAH) L 72 FrEa 72 eI L. AWK T 25 E 7 7
= DAMREEINTH D, 0 —F 4 L ZICBWTIHEE (p=-067) L77=" (p=
-0.67) 121X PCL DS BT BVEBIN S o 72, MIEITEMFIREIC 2 D L HK
RPERIC L > CHB T 5, 2D Ea VEKICE > T/ v a— Ao
PELNTED 35720, KR HENT 5, A SV HERIT L B o~ L il
S, FEFAEIC LT v a— 20zt X% (Landon et al. 2013), NAQ (2
TR SN ORI & T H D &L FAPTINIBE T L Tnie, £
NaA—RE R THDEFIRNMEZ R L TWEZ ELMRERICE D = r VX —4
AT TWE=Z & 5N (Fig. 27), BEKAISE T2 5 & TCA [EIE 1340
fil &, TR —AERDIEE S D, ZILEA D 7o OICHRIIREERIC K o> T x
VX —PNER SN D, BAVHOLBOLMABINT, RKNEERICL2b0TH
HEFEZ BN, FEERIC TCA RIKICEKIT 57 = Ve & OABEREEITIREEX &

HERELLEFHLTWRNoT2Z G, TCARKIZIIT D ATP &38R 72»
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TceEBEZ BN,

F MO oxyPAHS TR OGN K 9 723l 7 X V72 E DT X 7 BADRA 1T
Ronpinolz, L, REEKICEGT 2R@ TEE LEEER R o, 7
ARG RURRT NG I U, TR =2, IRAREVEEIHEN, AELRE#Z L

Tz (Fig.28), ZDOZ E0H NAQ BEICK - TH T U E=T BREIEMRSNT
W FREPENE 2 BT,

—HTag—FUARICEET AT 2ar Ukl Faxs 7 al ik
WTIET AV E VBT DR OB o7z B Frdr7m Y A28 0T
BN AR R 2R LTz, NAQ b A X DIRICRET LI- L &, LPEERE
BT HEOBMNR R ONTZOT, BEEPEE ST Z &R S22, &

Faxo7m ) rDORD LR TET. B ADORZEE TIIWE TE R0,

4.4 F£&®

b A X FIRIZAS oxyPAHs Z Z 1L LK & EE L, oxyPAHSs 1T K 2 IRFEAH o4&
ARG T A REIZOWNWT A X A1 I 7 AENT 2 W TN & Z A, oxyPAHSs
FREZIZX Y 3ol LIeREWOLEN R o, 128i1%, 27— AN
HF57Aare s mEee Rexvra ) U ERBEICED L T2 &, 225H
(CT =T AERICEEG T2 7N I T ANT X MR ERNBEITHIN L T

W22 b, 3OBICE R —ARRICEI 535 7 a— R EOREESC TCA [BIFIC
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DD a7 [R7e EOAHEBIROBE 2R EE L The, ZRODORRNG, 3t

WLz B L L Tag—r A~ OB 7 =T OWEIRAR, S bIZTRIL

F— LR ORIE £ 72 I THMHEIANE Z 0 15 D5 ATREMENN B 2 BTz,
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5 E oxyPAHs Dt X ¥ ALAFRICH T EHHEFERA V=X L DK
it (BERICER L, BEREE OFE)

51 B®

2 EORETIL, oxyPAHs Db X XA Ricxtd 58 L L CHEEDOEMES
BFHEOBMNBIER SN Z L 2R, ZDZ ENnD, B2 oxyPAHs & IC LV
eI B OB L2 T, EBZ DT, FBABEOKEROLHELT, a7
— 7 R E SN TV D AR R T o, 27— AREHI7m ) ol ¥
VT AaLErUiRIZE o Tk Fafxrrnl vk Fad o P Uickigbsn
% Z & TAERR ST (Fig. 20; Fig. 23; Fig. 26) . AElki&n7-e Fuxv 7l o2 ik
S>Ta 7= 3Rk &5 (Siddigi and Alhomida. 2006), = 7 — 7 13 lges 72 & D
TEREMERF OO E 72 E DRI G 5, £/ a7 =7 IR RRZ VXV ETH
D.FFICE Fexora ) s 3ad—r 0 mnb Lkishianl éEhbas—7
YDONRAF =R —L LThMAE 5 (Watts NB. 1999), 25 3 EDOFER TIX, =27
— U ERERT AT e Faxo Tl v KL T A DICHNEATH D
T ATV E RN oxyPAHS iR XA T CHRFS AR R B 1T LT,

ZNHDOF 2 FEB LUE 4 FEORRND | R TIX oxyPAHs O & 2 & 71 IR
XTI o BB LY . MMBEETOFRMIENEZ 2D TIXRW, EIREL AT,
ZITET, BREEBRT H20DI0E - g _EREALIT o, BE - e _E
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QuJBIE, M7 E O LSOk Z BV S 5 L HE A2 TR TR L FICY
DT 5 HETH S (Potthoff et al. 1984; Langille and Hall. 1987) . /N OFHEENY) %
HRIATONTEY , ZOHECLVINBNOERREZEREBE T2 LN TE D,
FERRIZ e A X WM TIIZFE% 5 HEDPORAIHEBIDIGE D Z 3T TITHro
TW5s (RH5,2002), KETIX, SEPLEENERIND Z L0, ETHEN
RSN TNDNE I DRRDI2DIZ ZERED D LIE L T2 F R L, 20
AR, RICaT—F U BOERERT D00~ —h—L LTHVWSNSE FaF
7a Y CERE LR, BIFERRZL I Raxo el igad—r v Lsbn
SIXIEFEAERH SN Wb a T — A BEERETHODOKMR~Y—I—Th
L, B Red 7ol roOfilEIITtaEE WS, 2o 7ERoe Rrdi 7o
Vo wBIKGRELIE%, 7n7 30 TIZEVe Frdornl) videe— Lok
S ZCpPAFAT I IRUVAT AT RERMEEL 2L TR —LE K
JE L. AR ELCLZOT, ZRERELTCE Fr¥ o7 nl) VEAERT D, &

BRI, 2o d o Faxo 7ol URED LTV E 9 vkEE L,

5.2 B
5.2.1 BRI
BBRINRIL 2.2 1HEFRLLOEFEH L, Ny 7 7—I1%, UV _KES

FNU DAL U UBRAKRFE T P U DL - 12 KT GREEFT - Foahie T3k lait
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) NOAER LY CERREENR (PBS) &AW o, M UFROEEIZIIAL LT VT
B ORI —fk - PRl TR A . REREOT VYT 70—
Sigma-Aldrich Japan ® & O, BEEYEIIZT VY by B GRECERE - Fytiizi T
R 2V, 2otz 7 U o GRERRR) . ks /) —L (AASK
R 03) KIEAE A U D A (FROehkssk) U R - U o L3RG TRt
JKWEME X Alfa Aesar £, U 7" > 13 Becton, Dickinson and Company ® & ® % H 7z,

AT =T A Fexora ) VRIEICEN L, 727 2 TGER
R, p-P AT NT X ) RXUXT AT R (DMAB) GREERR) . L-8 R
Ta )y GRERHR) 13T 0747 7 ARAStEO b O L, £tk G
k) & 2-7'msx) —v (3 FAWTR) TR TERASH R A vz, e R
x>y 7u ) OREEEMIET 572008 N7 BEEZRE Lz, BIECIE, 1
F Ty RTaTA 0T v @G HERIK (Bio-Rad Laboratories) M L7z, 5
HERIZ, TVT I - viiElRk—7 77 v a > V—pH7.0 (BSA) (ELFH) ©

FroGmisE T3epk At 2 L7z,

5.2.2 ERBYRAODO-DODRERR
HUE YLt 21T 9 72912 ANQ. BAQ. NAQ. PHQ ® 4 MVE %5 IZLLTF D4
HCERBERREITo -, BBEEIT, F2EOMRIVEBZEINT-ETORY TS5

PN FCEEDHERR SAVITIRBEIZERE LT, BRE LIZIREEIZLLT 0@y -
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ANQ : 5000 pg/L
BAQ : 500 pg/L
NAQ : 200 pg/L

PHQ : 400 pg/L

22 L. ZOREERE T TILANQ T b EFICEDE T T 5720, xHHRXD
L E (K% 9 HB) 22D & HI2 9 HEOFFE 18 H B £ TITb L22h» 123
MOREETH L~ U VEE LT, BBEIRIL, 2.2 2 LEF U X 512, DMF IR
SHT, HEFKICHEM LUz, BiFITH D DMF OFEFEN 100 uL/L L 25 L HICFNTE
MEREKICIIN L7 (BB 7K 100 mL 2kt L, 10 pL i) . F 728 F 7K DMF D2
WO U TR & L TS RN L 22 W B K DA DORRIX S - ZE L HE LT,
fAE 7K 100 mL [Z52HG B OIR 100 HZ I L, Wb £ THIE LT, S54R
IX24°CITIRERT LT A v F 2 _X— X NITINE L, BTG 5% 38 B £ T,
A Fa_—FZNTEHE Lz, JCEBIE, 14 FFRE - 10 B (] B ISR E LT,
BRI B ARk L, #UKET#12 DO, pH. KIEZHIE L7z (K& : 24.0+0.5°C,
pH : 7.4+0.1, DO :7.4+1.2mg/L), #KZITVAMEL T CTHIEE A L, JEIRZHLY R
Teo WAL L7oARIE, MBI L TV WERFRIZE L, b 3 A B I 10%I2AR
LRV AT AT RCLHEBEE L, 72720, Mb#% 3 H B £ TAEMF LRV &

Wr U773 E HIZ 10%ICA IR LAV AT VT e RTLHEMBEE LT,
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5.2.3 E'B%A

B REIZHWD T VYT T N —ERIE, Kk Z 2 —/v 35 mL & OKEERE
15 mL Z{RA SERIZ T Ve 7 v 7 v—% 10 mg IafE S CERR LT, F7-FE

IS B2 BRI g7 b U o AT, WA DT R U o A%z milli-Q AIZgFnk
RECHME L CBL L7, RIS 57200 M) 7Y UKL, fafidl v Y o
ATEHE 15 mL & milli-Q 7K 35 mL Z{EA& S mKIZ MY 7'V % 500 mg i f# L C
AL L7z,

8 Lo i, 50% % / —/b, k> ¥ ) —izznZi 1 A3 oiR%
SHTPAKREITo T2, BAKE, T T U7 N—IRRICIRSE ST THRE 2 A LT,
TNTT T N—ERITEBE TH LT RGESETEL LEH D ThRMELTL

F 9720 Qe lF L 24 BRI LANIC & ED T, T T T IV —IRIR TY LTt

|

AR VT U U LRI L HFFE L. P (EEIT o 70, IRICHWRSREEZAT O 72
2. MY U URIRICHEGREIR CIRE S ¥, FIRSIRE. 1%KEE b U oLk
ZUEBVCDOHENZ: 1, 1:1, 1:3DIEIC 1 AFTOFNFIITRSE ST, K
(2100% 2 ) & U 2R S TIRAF L7Z, 100% 27 Y & U AZPRAF T & 72AEARIT, B8
e T CHHE Ty & REH D NETNEEICRY . o725 EIL Image J % A

T HEFORSZWE LY | BERE O ELRA T, BRI
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524 b Rexvrol  EBEREOOORERR
ERaxs 7ol OB EH 4 ZORE LT 72010, HA4ELFERL
/1T C oxyPAHs ZFE R A & A X DA W TIT- 72, BTWE L. ANQ. BAQ,

NAQ. PHQ D 4 WE ZxRIZ LT, ZREEREI

ANQ : 5000 pg/L
BAQ : 500 pg/L
NAQ : 200 pg/L

PHQ : 400 pg/L

IZENEIERE LTz, oxyPAHs X, 2. 2. 2 IH & [AlBEIC DMF 2R S T KICH
L 7=, BiFITd 5 DMF OfiE K IREEA 100 uL/L & 725 X 5 IC BTN EB K
IFERBEKICEM L7 (BE7K 100 mL i2xf L, 10 uL iis0n) ., F£ 7285 K2 DMF O
WM UT X & L AT S IR L2 WERB KO A ORI S N EnHE L, B K
100 ML IZZHFIEBZ D & A Z % 30T SUINE L7 b D2/ RTEX I H>THOMEL
2o BARERT 24°CITIRSERTE L2 A ¥ F 2 N—Z NTHE Lz, HEWIE, 14 B
10 WEfE (B - W) IR E L7, sBokidfE A sk L, #Kkaikic DO, pH., /K
R HIE (OKIE : 24.0+0.6°C, pH:7.7+0.1, DO :6.6+1.4 mg/L) L7z, #aKk#%ix

PR T TRl 2 L, SEINZ B Y Bz, @B S HH & 6 HHICTh Ehita
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BIL, L2 REH SN COBFRELZ2mLORY) Fre Ll /nFa—

TICANT, MOREREZIE LIZE, 2% T-80°C THRiF L7,

5.2.5 BRFOE Fuxirul VBERIE

PBSIXV U KFEFT NI DALY UKFET N UL 12 KIWREN
ZHIM ERD I DI milli-Q KICEMESE, pHE.0O IZHHE L= D2 ER L=, Hl
EWCHWS 70730 TiRiZ1gnZ7 a7 22T % milli-Q /K 10 mL IZEME L, 4T
F MR LT, BHERNCZZ 27 I T : PBS=1: 4 OFETRAIE D
D% 7=, DMABIATRIZ, 29 DMAB & RS 2.2 mL 284 L, #plg/K+ <
BUAfR S W7, |IE FIOKE L Cn Liztk, 2-7 a8 — L& 122 mL sl LT
S TER LT, FREHRERMAOE Rax 7 e ) AEERIT, -8 Fe ¥y
7u & milli-Q K THEM S, FIRE (125, 25, 5, 10mg/mL) (ZFHE L7,

RN ANoTe~vA 27 vFa—7I2 PBS (pH6.0) % 0.6 mL AL, EAES5 mm
DO a=THe— X% 1 DA, Mg (Tissuelyser I1; Qiagen, KA ) 12X
DB LT, BoREtR. 10 Sy rBE (16,000 g, 4°C) ZATV, RiE/S 10 L &
B R EOREMNERICERD 5. EYOREYRA N LY 7T Karf v
Ta ) EME L, v~ A 70 Fa—T0hEERTH 7 ARREICE L, 12M 1
e 1 mL 200z, #BiEAKH T 30 I L 7=, iimtt, £ 2ic2-7 a8 — % 1ml

Mz TRAE L, ZOLtEbe Faxo 7ol UEAERICH ImLizx L T2-7'asr )
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—ImLZMA, BE Lz, TNENREGLIEE, 70T I TiREZ 05mLlx .

4 5y T L7, #E L7-1%. DMAB % 2.5 mL Nz, W&kt < 2 43R0
B, 2% 1 FBEE THE L T 7L E DMAB 2GS SE7-, #iE#%. 24
AR SEEE R UV-1600 (BiEEHUERT) 0 575 nm O CTRIE L7, FEHER O R
MOREREER L, FV T VOe Raxora ) VOREZEN L, £
ADLBEH LI ReXx7n ) VREZRICY 708 X7 HRETHRL T,

BRI EBERH-D O Fafds 7ol VEERDT-,

5.2.6 BRFOZ U 7ERBRERE
B R YRR E FCEY ST =70 (10 L) W TH Ry E i
FEARRE L, o577 EEENEIL Bio-Rad Laboratories #1:f4¢ Bio-Rad Protein

Assay |21t THT o T, Z /37 EOREHERRIE BSA 25 1 mg/mL & 72 % X 5 12 milli-Q

W

KTHERL L7, FH8%. 05, 0.1, 0.2, 05 mg/L &£72% X 512 milli-Q KTHRL T

=]

FEHERR 2 AL L 7=, iR 3KIL, Dye Reagent Concentrate %2 milli-Q /K C 5 %7K L 7=
H D Z& Tz,

REVHA LY 7 iE, PBS T 10 AR L CRIE L7z, 96 N7 L —
MZ & R ERER S KO0 EAIR L7z 7240 = /b2 10 uL 372 3 )RZE 4
U AN AT EIEIT 3 | & L7z, £ 21247 L 72 Dye Reagent Concentrate % 200 pL

TORMUT-, g, ~A 7 a1 — kU —%— (MICROPLATE READER SH-9000,
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CORONAELECTRIC) IZ AN, A > F 2_X—% (25°C) NT 5 4 #: X+, 595 nm
DO THIE LTz, BIE LEEENORERZER L, KTz 7Bk

ErEEH L,

5.2.7 ¥#hEtuus
HE LR RIT 2 TR IR E BBXE L 0EWE, XXy DL EkEKE
WTHE LT, 3% v MREIX SPSS14.0] (IBM 1) ZHWTHEKUEE 5%DE & T

177,

5.3 RRBIUEBZ
5.3.1 EEBELAE

F2EORER LV oxyPAHs Z 25 L 7200 Bk L7 FRDIRE DR ER L
REEEHAE, AFHERA R SITHE TR RODIZER L TWD Z & 235D
Nz, ZivE TRIERE AW A A% 2 VSEIC X 0B O RIZE T 205808
2L ENTEY, O BEUFRRAIZE - THRIEN 72 S CU 7= (Teraoka et al.
2002; Wang et al. 2006), & 7= #FEIC & - TIXFHERIC I T 2 HCE TERRIC B 53 5 @5 1
Moo TEY | ZOBIB T 2RI L T Z OBGED A 7 = X A5 LT fifH]

So>oH 5 (Dongetal 2012; Burns et al. 2015) , % Z TAMFZE TIE, #E4EIC KL
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S THE D IEFIZIER S TV D 03[~ T,

E Ry 7l o OfER T 5 - ORBIREIL 5. 2.7 LA UHRE CF
LE CREEIT o2 ML 3 H B OIFEfA%E 10%45 /0~ U > TREE L CHUE Y 21T
STz, SEEEOWEIT TN EN LS A v vk (Fig. 29a-1) . 254 (Fig. 29a-2) |
fBEE (Fig. 29a-3) . HEHE#CE (Fig. 29a-4) . fafifE (Fig. 29a-5) LFREN 5,
L TRONTCEEL LTA Yy ZFAREOIRP R TRV RaR L R bh
Teo AT NMAREIL, THOEDZITHIZD . ZOFDBIERI N TOZRUMFRAIZEEE D
RIEER D ZIZABRRAR S RO, 2O LD Ay 7 WRER R TV RN
LR OFBEES R TN EXRBR I NI, oMl L TR LN
L L CREOWMEBEIMZITHE TV WD Endligtans (Fig. 30), EFIZE
RSN TOIUT 4 7 FTRE LR S D13 T A IRIERa I T RGeS TH —
HOHBDRENRZ S Ao, ETRBEDERIS N TORUVMFATHRND TV SR
LRONTT2D, BRI EEN RSN R o Tt b vt 52 & TRE
RS Z Rk,

Yett LIZBEE BT OZNETNOEMZ 1 ez, 2 TRt Int s X% 58
L L 2R EZLITIOR LT (Fig. 31-a), ANQ., BAQ. NAQ TITA E ML Vil
PRSI, PHQ TITABEETR D e NEHX LV IRVMEZ o 72, ERRICHER %
BT DL Ay I ARELSMT B IRHR TW R WERE R Z S Lo 2 &b &

BN K o THEHOMF BN R TWRWZ LRI, EEHEFORI %
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NENWE LT L Z A ANQ, BAQ. NAQ. PHQ & TIZEBWTHEIZELL 2> TW5
ZEMREENT. (Fig. 31-b), ZOZ EMDIEENIFEX LV EWH DV ThE <
RoOTNDZERP LN o7, LR TND Z LT K> THEE DD
R RO TWAFRR, BEH E TR S TW RPN RO, ZhbnZ &
DD, BB TERRA I L B OB R TN LRI SN2 o7z,
B DB RIZITER 2 RAFZER 72 TR Y D LTSI s n>2H 5,
R R DT AT REE D O /3K ITHRAF L T 0 | 8 AE DIBRRIZ I TR e Al
NEREZEZTEBORMICEELRIFTTIENT v POBETRESA TS
(Chen et al. 2000; Debelak and Smith 2000), FFAIRIZ I3\ THIFRIARIRE O AR eE A fa D

BEPEE LGOI B L5220 50N TR | BAEMNIIR BEELZ T 5D

Ff

RN R A Z U, eSO B R OSBRI 5 2 | iV O 235
S Z S5 (Langille and Hall 1988) , AIHD R T &b 2 SHEC R ER O TR A4

X, FICEICRB L > THRGEMINZERZEZ LD THL LE X BRI,

5.3.2 e Rexvrul VRE

S5HHE 6 HEOMF O Fads 7ol UEERZE LR, SRIX
I CREREN L O > T DT X & BREX THIRE L2/ 7 72T
(2R L7z (Fig. 32), WX LT 5 L 2 TORBX TE Fex 7ol VENEA

BIERVMEZ R L CW = FFIZBAQAS HE & 6 HH TR LI LTV =T L,
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ANQ TiZ5 HE S 6 HBIZT TRE NIRRT,
INODORRING AT =T T 27 I VBRI ARREL TV Z & DVRIR
ENntc, a7—Frrhoe Raexvral) URRRToEad—F Ui REeRaT
=L RBRMAE OB L KT, 52 EORERBR CRLNTZH
FHOFEARRRMAR, IR OIS OBIE#E AN 5 ATREMEA VR S, EEF a7 —
T TIER NS T e DI IEF B ENTER ENR NS T D TIE RV EBEZ 6N

7’9
—o
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B6E O0xyPAHs Dt X X W RIZHT 5 E DMOEEDKRIE (EROD X°

TUE=T ., B{EX U ADOKEE)

6.1 HH
52 EOFEFRD D oxyPAHs |2 L - THH SN ar AT 7 v — > 7 e
# (BSD) ([ZH L-Ra 2 LT e, BSD (Z4 A A5 o R0 PAHS /¢ £ &4 fBIIR
(ZFR R LT BRICBIE SN DRI/ TERE RV Cd 5 (King-Heiden et al. 2012), BSD
DJRK & U TIW ISR ORISR P450 D 15 CYPIARHIT BT 5, CYP1A
(3. BWIEERIS & U CTAERINRY B S D@ & AR & T BOGHITTENERR
A UAERT D, FHIHTEBRRIOKFEZHE (ARR) BNEA AF R E LA LT
EMEET D &, CYPIA OFEH et 5, TOfE, EMERFOER bIetE S D
(Madison et al. 2015), {EPERESR 1ZIEH ORIETH > THD NS FTAMR S, AR
SN AEMEBRFIITRIIERIC L > TH BB &SN D 2 & THREND T o 2R
SNTWND, LU TEHERRRE P IBRNC AR S LD L HIBRMLER & DT o 23R,
TEVERERIC L o TH R EONRE. DNA 22 ERm LG S Db A b L A5
Tz ENd, FlIREBCIEE X, mEONKEZ 2500, B D o foJi
WiZ7en Z &0, BB EIEEO~ue Y77 K (MDA) 72 ED7 VT RIZK
L8 R EOBACBEENRSIEEZ IND72 EOREN RSN TS (Bauder et al.

2005) ,
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Fo. BAEDAZRT I 7 AN OFERENS . oxyPAHs ZFEIC L > Tk A

FHER O LT — LT =T PRI 2 I EEZ G2 Tz Z &

it

MR E 72, oxyPAHs (3#EE . CYPLA 240 L7 BMThh T 5 Al REME
DRV, HED I HBNTWZW, b L, IR72S oxyPAHs Z{RKNIZHLY IA AL T27%
A RRR ISR 2 AT > TOIZ 2 I IRAER LR B L RIZ R DA END X A —
EZTTOVDAREMERH DD TIT W E B X, ZZTARIFRETIE, 7T, B AL
71 BN oxyPAHs Z ANIZELY IAATZBRIZ CYPLIA #3584 2 02 EE L., & BIZIRD

BBREFOBLA R L AL~V L LA ML AZF|EEZTRFZHERT A EE2H

L L7,
6.2 FHBRFE
6.2.1 |IK
BRI 2.2 1ELELLOEFEH Lz, R"EYVRA NHONNY 77—

LT, VUBRTIKFZT MU UL, UUBKZ T MU UL - 12 K4 GREFr -

FOEHEE TR 2 DIER L= ) ISEEIE (PBS) % U -, ATP BIEM O

N 7 7 —I%, HEPES (iAW 2 - RUCALE=205EnT) & 27 m—2 GAUHRKRRE -

FOEHiSE TR tt) 2O AER L7 HEPES Ny 7 7 — i L7z, ATP AIEITIZ

FRYEHERE TR AR AR D TRk D) ATP JIES » b & Ve, Z v 7 BHiRERIES

1X5.2 1R UL DOZEH LT,
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SR EHEERTLME (ethoxyresorufin-O-demethylase : EROD) HIE A== k
XLV T 4l LY VT ¢ 0 Sigma-Aldrich Japan, =2 F 27 X K7 T =0 X
7 VAT KU UBR (NADPH) GREITE) 134V = VR TERKSHRO L 0%
FREER LTz, BBbA b L AREICH W Y 7 o aliig (TCA) (B H)
LT =V UM (Fefk) . U U= U U s (k) IR TR A
2-F ANV EY — g (TBA), 24-Y=Ftu7 ==Lt FZ > (DNPH) GA3EFr
#%) 1% Sigma-Aldrich Japan Z{Eff L7z, 7 v =T HIEIHA N7 =/ —/, ¥/
RA YT ZET NI UL 7B R A Rk, = hr T vy B
MU DL (Rk) . AT ' =T A (Rrfl) I3FRERMERE T3kt 2 LT,
oM, KEEET P DL (k). VriR=h U v (—fk), =%/ —/L (HPLC

SN . R (Refk) 13 FEHIE TR0 b D 2 v,

6.2.2 EROD {&HED 72 8 D ZEEHABR

EROD #I€i%. ANQ. BAQ. NAQ. PHQ ® 4y L Hiz, H2FETRLT-
AR R ORE R (Fig. 3) 22527 3 H HLAK, MEREMRALEL TND 2
EDVHI L TN 72O ( ABFE TIL Z ORS R 2 2B 125 % 3 H H O 10%52 2R 5 4
EIREICRE L, £ 0 110 2 iR, &R O 1/100 2 KR & L 3 DD ZBRIRAEX

R T, BEEREIT
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ANQ : 15, 150, 1500 pg/L
BAQ : 2, 20, 200 pg/L
NAQ : 1, 10, 100 pg/L

PHQ : 1.5, 15, 150 pg/L

[ZZENEIERE LTz, oxyPAHs (X 2. 2.2 I & [FIERIC DMF IZEfE L, BEKIZEIRINL
7= (DMF Ofil B K R EE 23 100 uL/L & 72 % K 9 (ZHsHn il B 7K 100 mL 2%k L, 10 pL/L
W), F7=, FFKIZ DMF OB UTCEEEEX & | AT I L TOR WA KO
HOFEXHZNENAE Lz, B K 100 mLIZZHEEZOE 2 X I k% 30 f#9
DAL DOEFRERXR I OTOME L, SR 24°CITHEEREL THDHA
R aX—ZNTEE L, JCESIT 14 Fefi - 10 BEE (B« i) ICRR0E L7z, oK
3 B AEHUK L, BUKEiIZ DO, pH, KiEZHIE L7 (KR : 24.0+0.5°C, pH :
74+0.1, DO :7.3*F1.1mg/L), #a/K%IXEAMEE FCRIZ A L, SEIRZ LD Bz,
GG 6 H HE THEAMARIL, RELZBIZH 5 COMELIZ 2mL OR
J7mrbv i s raFa—TIZ AT MOKEELZHIE L%, 704 £ T-80°C

TERAF LT,

6.2.3 EROD JHIE

CYP1A OIEMHEZFHRA 7012, CYPLADKEE LA v LY LT 4

83



DO F AL (= b LY ILT v O-ii A FARTENE,
ethoxyresorufin-O-deethylase:EROD) 7 H1&E6N5 LY VT ¢ ORIEEIT -T2,

UV KFFT RV DALY VEERAKE T N UL - 2 KiiREntinl
M L7225 X952 milli-Q KICIEME L, pH7AIZHHBE L-H DA PBS & Lz, = h&Fv
VY WVT 4 Uk PBSICIEREE, ImM = R LY LT ¢ UERIREVERC L. 0T &
T-20°C THERATE LT=, i HERTIC PBS €500 AR L, 2nmoL/mL = hF L
VYOVT 4 VIR LT L7, AR LY V7 ¢ 8 PBSIZIEfEL, 1mM L
SINT 4 CERIREAERL L, S3HT & T-20°C THEBIRTE L7z, FHERTC PBS C 500 fi%
AR L. 2nmol/mL D LY )V 7 ¢ UAERERRIZTHEE LTz, RERZIERT 5720l
VT 4 FERER A 0.05, 0.1, 0.2, 0.5, 1.0nmoL/mL (ICENENMM L7, F-FEE
7 NADPH % PBS (ZI&fiE L. 2mM @ NADPH &% Z 1B L. 438 &£ T-20°C THik
RIF LT

e N\ivle~A 27 v Fa—7IZPBS (pH7.4) % 0.6 mLIRANL ., EAE5mm
DN a=THe—X% 1 DAi., Mg (Tissuelyser I1; Qiagen, KA ) 12X
DB LT, BoREtR. 10 Sy BE (16,000 g, 4°C) Z1TV, E3ED 10 uL %
& 7 B OPREERE NI 430, 7% @ BT EROD ZlliE L7z, 96 /RO,
HEHZT L — MUY VT ¢ AERER DO F % 305 uL T2 7 = VIR L=, Z4LA
HMZEZFETRA Lz BiF25uL & 2nmol/mL = R LY LT g v

B 2T0 UL Z 2N THIRINL, LY LT o URRAER L [RIEIC 7 5 KO ICin LT,
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Z D, 2M DO NADPH #£TCHO D =V Z 10uL ¥ 2%MmL, ~Af 771 —h U —
%4 — (MICROPLATE READER SH-9000, CORONAELECTRIC) DA > % 2 _—X#
(25°C) TH IR LI, %, v~ 277 L— Y —&—0 530/585 (fihie
H06) nm DR TEBIZ EROD DIIEZBMA L7z, mMOHEZ 04 & L, Hl
TEBALADN D 20 43 F ClE 5 4 ICHIIE L, 20 0% H & 60 2% £ Tl 10 43 f5
260 0 FE THIE Lz, MIEZ LT, LY LT ¢ UEERN SREREIER L. &
YINDENFRENS LYV T ¢ AREEE N LT, BT 2 & T ro Ly
VT PREEOBEINE X ORISR S EROD EMEHE 2 FH L=, FH L7 EROD %
PEVREE 2 2 L /X 7 BIEEE TR LT, # o737 BIBEE B 7= 1) 0 EROD VEMSHEE % 3K

Too 237 B IREITL 5. 2.6 HEFERDITIETHRIE L7,

6.2.4 BR{LR ML REE

WRREARE L, RE LS NTERESN G ~r P77 e R (MDA) 72
EOTNT e REFA/LE Y —)Lfig (TBA) BEVESRMCTRISES® T, AR LT A
AN —VREROGY) (TBARS) A HIE L7, TBARS [T LR E AR DFRIE L L
TR RSN, BBIELA RV ADNANA A —H—D1OTHhH D, ¥ /7 EDOWA
AN = A Z XTI L DRI LT, IR = b & X7 BT b S ni= 2
LICEkoTHELUEINVR=VEIZ24-V= T 2=V R DU IGSEIRA

SHTHIE Lz,
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6.2.4.1 TBARS JIE D7z DREAER

#7%1X ANQ, BAQ. NAQ. PHQ D 4 B A kf5 b L, BFEIEEIL6.2.21H
EFERIC LTz, BB K 100 ML ICZAEEZ Db A X I IR%E 50 i SINAE L= b D%
HILEX 3 OTOME LI, BRI 224CITHERELTHHA U FaN—FANT
fE Lo, JCEMNE, 14 Wef - 10 WRefd) (B« 1Y) ISRRGE L7z, RBROKITE B S Ef
AL, #KFTZIZ DO, pH, KIEZHIE L7z (K : 24.0=05°C, pH:7.4=0.1, DO :
7.3+1.1mg/L), KB ITBAMEE T CBIZ A L, FEIRA IRV bRz, REEBHIATE 6 H
B CHEAMEZERL, BIRLEEEIH LN COBRELZ2mLORY 7r 'L v fl

YA 70 Fa—TIZANT, MOBRERZNE L%, 548 % T-80°C TRFELT,

6.2.4.2 TBARS HIE

PBSIZU U KFET U ULE Y UFKFE T MU UL - 12 KR ZH
FIVIM &72 2% X512 milli-Q KIZEME L. pHTA ITHRFEE L2 b D& vz,
0.37%TBA-15%TCA %1% 13 0.25 M M2 IZ 211 Z 11 0.37%TBA & 15%TCA Z i fif L T
FAELL 7=,

e A\ile~A 27 aFa—7I2TBS (pH7.4) % 0.6 mLEM L, EA5 mm
DYNa=T e —X7% 1O A, Mlketg (TissueLyser II; Qiagen, KA ) 2k
DRI L T2, BREt. 10 im0 0B (16,000 g 4°C) Z1TV, RIEMD 10 uL &

B2y EEREEERICE Y 4500 0 o FETTBARS #HIE L7-, FiE25 0.4 mL
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%7 AGRBRE I L, 0.37%TBA-15%TCA A% 0.8 mL s L7, Tz ibigK
H1C 15 Sy EIINEN L 72 %%, SR CHum Lz, fntk. 10 4 040 BE (16,000 g, 4°C)
L. RiEZECE L%, 2000EEE (UV-1600, SEELERT) 12XV 532 nm @
I & T TBARS Z Il L7z, HlE L TH LITZBILE (ABS) Z LA T ORITH TIE®,

TBARS Z# & H L7-,

TBARS (mmol) = ABS X 2000/ (2.56 X 10°

S HIZHEH L2 TBARS DfEiZ # /"7 EIRETHRL T, Z "7 EREHTZY O

TBARS Z#3R7=, Z /X7 EHIEEIX5.2.6 TH & [REED JTETHIE Lz,

6.2.4.3 HNR=LE VR BRIED - DRBRH

TNVR=AbH o7 HIE L ANQ,. BAQ. NAQ. PHQ @ 4 W& % xtB1Z
1Tofz, #FEIL6.2. 2 HEF UM FTITo/z, FlH/K 100 ML ICZREESZOE A &
A% 50l DUNE L7 b D2 BIREX 3 DT OHE L7, KA 24°C [TIR AR
ELTHLA FaX—FNTHHE L, JCEMIE, 14 B 10 B5fa (A 1) 128
E LTz, AREBUKIEE sk L, #UKFTZIC DO, pH, /Kl ZHIE L7z UK : 24.0
+0.5°C, pH:7.4%0.1, DO:7.3+1.1mg/L), #/KBITTAMSE F CHigtx2 L, Ii%E

BV PR, ZBRPIGTR 2, 4. 6. 8 HRICTNENIRZERIL L, SRIRLZIRIZSH 5
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MNMUDHELTZ2mMLORY Yo L rflef /7aFa—T7IZANT, KOKEES

HIE L7=1%. 98T £ T-80°C THRTE L7,

6.2.4.4 FINR=ALEZ R TBHIE

PBSIXV VB KFEFT I DALY UfKFEZT N UL 12 KIWREN
FIIM &7225 X512 milli-Q KICEME L, pH7AIZFRFE L7 b D& Hviz, 10mM
DNPH ¥#i&1%, 2 M OHglRIZ DNPH 2 i L TIERL LTz, E726 M 77 =2 1R
BT milli-Q K T20mM U R H U o AR AEERR L, RIS T =V IR %
EESE6M 77 =2 VIR Z B LTz, 20%TCA kI milli-Q /KIZ TCA %
Vs L CHERE L7z,

Wa A\ile~A 27 aFa—7I2TBS (pH7.4) % 0.6 mLEM L, EAE 5 mm
DY N a=TRE—X% 1 DA, MBI (TissueLyser II; Qiagen, KA ) (2 X
DB LT, BoREtR. 10 Sy BE (16,000 g, 4°C) ATV, ERIE/D 10 L &
&Ry B ORERIERICEY 5 5RO BE TR = b X L8 B ERIE L
7oo BWED 0.5 mL &4 7 ZARBRE 12 L, & 212 10 mM DNPH &4 4 mL Al %,
LMARNT v 7 A XY —% 16 I 48 T o 72, £ Dk, 20%TCA &% 5 mL
Iz, 5rMz.0srEE (1000 g, 20°C) Z4TV, RIGEABEFE L, HKolibEmiz~
& ) —)v: FifgFr=1:1% 4mL Iz, 5570408 (1000 g, 20°C) #4170,

FIEZEREE L, RBIESTIREDIZ6M 7T = VIR Z 2mL Nz, 357
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Wz OB (1000 g, 20°C) 4TV, EiEZ B L=k, 0 eERH (UV-1600,
EEEERT) 12XV 370 nm OWEE THIE L7-, HIE L TELNTZWOLE (ABS) %

PLFORICHNT, IAR= AL Z X7 E 2B LT,

IR = b Z 78 (mMIg) = ABS X iE® X 0.22

SIOITHEONT I NR AL Z XTI D" X N BIRE TR L TX VN7 H]

BEHTZVDOINVKR= b VR T EREZ RDT=,

6.2.5 ATPHIED=DDRERBR

OXyPAHs ZRFEFFIZIZMF TOZ R VX —{HEMEE SN D & PRI NZ729
AWFFETIZ, ATP OHIEZ AT, ATP HIZEIL ANQ. BAQ. NAQ. PHQ ® 4 WE %
XRIAT o712, 2813 6. 2. 2 HE R LRI T Tl o7, B 7 U 703, BB a1
4, 6, B HHIZENENTW, BEIILTERIZH O COMELTZ2mMLOARY e v
Ville A 7 aTF a—TIZ AT, MOKRERZHE L%, 587 E T-80°C THRAF

L7,

6.2.6 ATP JHIE

HEPES /X 7 7 —1Z milli-Q /KT 025 M 2 7 1 — ARk ZER L. % Z 12 HEPES %
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B <, 10 mMMHEPES ik 2 AR L 72, & 21Kk U U A%z T LT,
PH7.4 1272 % L 9 ITFHEE L 7=,

BN A -T2~ A 7 aF 2—71210mM ® HEPES /X v 7 7 — (pH7.4) ZRE
B 10mg (2% L CL100 uL FoOUM L BEESMMm O )L a=7f# e — X% 1 5 A,
B (TissueLyser 11; Qiagen, R YY) 2k 0k L7z, ¥ft%. 10 43Rz O
43 HfE (16,000 g, 4°C) 217V, EIENS 10 uL & Z > 237 B O EERIE I EL Y 431,
7D D EJET ATP ZIE Lz, ATP ORIEIFCHIEKD Hifko ] ATP fIlESx > k
EHWTHIE L, il A7 aFa—7I12 B 100uL 28 L, & 212 ATP filit
AR A 100 pL N L7z, ZO~A 7 aF o —7 2R L, 30 /M= CTHE L
Too BRERL. HOEH 96 X7 L— MZ 100 pL T2 E L, & IR ARIEKD L 3K

Z 100 uL @ U CTAY) - (b RJEAEZERE (7 F—k St THlEL-,

6.2.7 T UE=TRIEDIDDZRERAER

FERN TR B RICAT DL BB R O 7 =T BNEKSND &
E2HND, £ T, oXyPAHs ICEE SNIZBF o7 =7 REDOHIE 2 AT,
7 =T HIEIT ANQ, BAQ. NAQ. PHQ ® 4 Wy % &5 T > 7=, ##%116.2.6
HER UM T CiTo7z, #EBHIATE 2. 4. 6, 8 HRICZNZNIREZERR L, FRIR
LTEIEH N COMELTZ2mMLORY) 7re L riivf 7 aFa—7I1C ALT,

ROFEEZHE L&, 47 £ T-80°C THRAF LT
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6.2.8 TUE=TEREHE

PBSIZV v KFFT RV OULEY VEKFEZT N UL 12 KFRE
ZIAIM &722% X212 milli-Q KIZEM L, pHTA ISR LI b DX iz, 7=/
—)b s T — WKL 95% =% /) — /Wil 7 =/ — V& 109 L, LT, &
BRI milli-Q 7K 100 mL (2K R v AZ 59z, SHilcyrzmnmA YT
XUE 059 AR L T, 22 milli-Q K 100mL i 7 =g =7 F VU 7 A% 50 g IR
MLTZbDEMZ, &EICmilli-Q /K50mL 2z TIER L=, = ba 7Ly RIE
HIZ milli-Q /K 100 mLiZ=Fr /vy RFE R U AZ 059 L CTIER LT, &
TR BERER OT o =T IEERIT LT o E =7 5% 105°C T 2 RFEFR S &
7= . milli-Q 7K 100 mL |Z 0.382 g ¥&fi# L C7 & = 7 RS FAEHERK 1000 mo/L {ERK
L7z, VERR U 7oA 4EHE Z milli-Q K AR LT, 0.05, 0.1, 0.2, 1.0 mg/L OEK %
LT,

e N\ivle~A 27 v Fa—7IZPBS (pH7.4) % 0.6 mLIRANL ., EAE5mm
DO a=THe—X% 1 DAi., Miamesg (Tissuelyser I1; Qiagen, KA ) 12X
DB LT, BoREtR. 10 Sy BE (16,000 g, 4°C) ZAT-o7z, HEWERE T
NDEEFEENENNS 05mL 207 ARBREICB L, 7=/ —/b -« T)ba— KK
0L 2Nz, BG Lic, £ It ELZ S0 L A CTEHITIRA L2, = e
Ty R Z 20 lL RN L TRA &7, IRA S8 7=%. 40°C DT 30 4 [

AL L | SR CTHA T 5, im0 606 REEE (UV-1600, SiE8UERT) (2K Y 640 nm
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D TRE LTz, BFEHEROM R DRBEMEAER L, £V 707 =T RE

EEH L,

6.2.9 WHEHuLE

HIE LRI QR X & BRIXE & OEWE, X3y MOSEEEIC

DWHE LT, X%y MEEIX SPSS14.0 (IBM #) ZHAWTHEKAE 5%D L & TF

BAEOREEZR AT,

6.3 HERBIVEE

6.3.1 EROD &ML =R NF—HRK

R ERED Y B 7 v A P4S0 [T, EE R EmiEE 2 T 5729

BENDRNE L NT o A0 EEFETT 2&ED & 5 —J7 T AW E DRI

SNTEBRICHE S, T OAEFIEN R ~PEE ST WS IR L S 5 &E &

o, ¥z b7 m A PA50A (CYPLA) %, BHEERIKZSLEGW 0 7 o ZbE

YWORERIZLY, HFEIIFEINDLIZ ENMLNTWS, ZD7=H CYPLA ® mRNA

ROWESR 2 NI SRS TR ST B RRACKFE A N1 7 RAEE M DN 723 A

F~—h—L7r > T35 (Carlson and Zelikoff. 2004; Uno et al. 2012;: Kim et al. 2013) .,

TS CYPLA OFEMEIL EROD &M & U CHIE S, AHEIZB W T bk~ 7o fE

T EROD {EMEDRIEN T TS (Lietal. 2011; Mu et al. 2012) .,
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ANQ. BAQ. NAQ. PHQ ZxfMRIX, WX A&7 b RIEICH T, REER
W75 6 HH ETEHMAERIIL T EROD HIEZE1T- 72, & OfE R RIX & it X
TEDRLONIRN-T=D T, LU N ZREEX & I & 2 boik L7ofi R A2 7R L7z (Fig. 33),

ANQ #&#% X Tl 1500 pg/L TH A 3 H LD BEEELX X 0 A= IZ &V EROD
EMEZ R LTc, ZOREXTIE 3 HBUR2 LB IZ EROD &ML B L, 4 HEIZ
v—7 Lipoim, —J7. 15, 150 ng/mL I% EROD i&FME&ICH £ 0 Bl o1, &
BEX S EIER U CTHERB LT (Fig.33-2), 2D Z L7075 ANQIZE XA X RN BRFESH
DRI, FIRETHERBEINLRWVIRY . CYPIA [ZX2EMMHNH E 0 iThbhan
EEZLNT,

BAQ Z#E X Tl 20 pg/L & 200 pg/L D&FRX T2 H H LS BIABK L v f
EIZEV EROD {EMEZ R Lz, THHDOIREXTIE 5 H B £ TREEITEMER L
oo ¥702 po/L TIX3HEBE 6 HREICAEENAONTN, TORUANTIIAEZE
TR.B e o7 (Fig 33-h), ZOfER, BAQ @ CYPLA 34k 10 pg/L VUL DR
T, EAXHRPTHEFEIC CYPIABRHESIND EE X B,

NAQ %5 X CTlZ. 10 ug/L & 100 pg/L D ZEFE X Tl 2 H B 2> S B IME A & 7R
L. 4HBLURENS8HH £ THEX XY AEIZEV EROD &M 27~ L7z (Fig. 33-¢).,
ZOREFENS NAQ HEL 10 ug/lL LV D FRFE T, b A X B IEH TEHEIZ CYPLA 23
HEINDEEX LN,

PHQ ##E X TiX 15 pug/L & 150 pg/L DEFEX T2 A HUENSIEEEX L v A

93



EIZEWEROD M2 /R L 2236 H H & THel =, 1.5 g/l T8 3 H BB O A
BEX X0 AEIZEV EROD {EMEE R~ L7z (Fig. 33-d), ZOfERENS. PHQ 1Iflio
OXyPAHs & H72 0 | #1 pg/l OF&FE THBUZ e A X BIENEUG L, CYPLA 2FHE S
NHZENDhol,

BRSNS ANQ. BAQ. NAQ., PHQ M4 oxyPAHs D &#&IZ L vV . EROD
EMEOHEINZED N2 D, 4 oxyPAHs [ ClEREEIEWVIH D O D,
b AX AP T CYPIA WiFEEIND Z ERRENTz, T8 PHQ 2k bEmW
EROD /&% 7~k L, BAQ & NAQ ZMEIE[F UEE T CYPLIA BFFE STV 2, ANQ
T ARV EROD JEMEAZ R LTV 2 2 e B OB I H -~ CYPLA IZ L B REREME
FEL< 2N E LW, F24WEIZBWTHE L TALAFEE L T2HA
LI EROD {& PRI IMEMZ R L. 4 HE £/ 5 HEICE—2 27T 00BN %
molo, ZOHBBBEIITRAE 23, BEX I bEICEWEEZ R LTV,

W e AL DIRITZRESK 3 BE2D 4 ABIBSRSERSIZILD S
(lwamatsu 1998) , % W ABFFE CHIZE I N7= X 9 2 e A ¥ BT EROD iEPEN
b Do TR, TR 7R & DI ME S RN & 72 5, IFIEIE 3272 2 AR
WOLTH Y | HIROIEL & FEME, PRI S 1172 oxyPAHS O AMEE S

nieEzxbhi,

6.3.2 LA PL R
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6.3. LIHIZ/R L7z K 91T, oxyPAHs ZFZ (2 L > T CYPIA BFEINH Z &
R INT-Z EnD . Z ORI TP CIFHMEDER SN2 ENE X
Hivlz, CYPIXMRFEMIEEE & LT b, AR ICIEERRE LB AE ST D, FriC
CYPLA [IIEMERE R Z N RNCHFET 52 Z MBI T\ 5, IHEERFETIC X 2 (b
ARV AL, HRERH X7 8, DNA 7 E 2GR L - T LG S 85 &
DIIER AR L LA P U ADRRANET D LR DOIRIK 2 EIC b b LEZ BT
W5, RN TGRS TR 2 T HH T IR L E S L E RIS L 0 | TEPER
REBNDPOIRET L2 & THRKDEFELHREF L T0D, L, IEMHERESE & fuig
EAVER DR v ZAREIND L EEA R L ACE D Bix Ik Bl &l S d &9
(2725, & 2 CARIATIE oxyPAHS B L » TEMMREIZ L 2L A R L AR ED
BREFEINTHTON, BILA NV ADEF A F~—H—Tdb 5 TBARS &7

VIR = AL X R 7 EIZ LD KRFE LT,

6.3.2.1 fEE DML

ANQ. BAQ. NAQ. PHQ ZxIX, WXz &7 5 IR, &R
b5 6 HE £ THEBREZERILL T TBARS DJIEETT 72, T OREE, MK LIE
X TREREDAONRDST2O T LUTZBX EWBX & Ol LR R 2R L
7= (Fig. 34),

ANQ ZFE X TIL 1500 pg/L TDO A 2 B H LIFRIZAIR 72 TBARS O EEAME ) 23
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Ao, 2HEN»D 6 HEE THICHEEX L0 AEICEVELZ R L7-, 15 pg/L, 150
UG/L CIXEBMIC A EIS @S WED B S 3723, 1500 pg/L 1E S 13 BE 7 ER NS
nreho1= (Fig. 34-a),

BAQ #FEIX Tl 20 pg/L & 200 pg/L DEFEX TL HHENS 6 HH £ THICH
EICEWVMEZ /R LTz, 2 po/ll BEEX TIL 6 HHOARFER EAB R 67z (Fig. 34-b) .
NAQ ZEX CIX1HE L 4HHEZH 6 HE £ T10pg/L & 100 ug/L THEEX L 0 A
BICEWMEAZ/R LTz, 2 HA & 3 H BIREEEIX & BEIXFE TOZET/NS < R 5 Hm %
IRLTE, ZHUIMO oxyPAHs TIERL LN WBISTH -7, 1ug/lL1E5 HHIZH
B bR ER LR, TN USMIIREEX S IFIEF CEB 2R L, TOEITNE o7

(Fig. 34-c),

PHQ X TIX1 HH25 6 HH ET15ug/L & 150 pg/L D 552 X TIAEX
L OAEBEREWVEEZR Lz, £72 15 ug/L & 150 pg/L O R B 7o 5 FE AR A7 1 70 7 B
RN o7, LEpg/LITTe LABEX I bIRVWEL RTZ e bdh oo, 2
MU EPBLIEE ORER R N2 olc b B DHXETHAH (Fig. 34-d),

FREOFEREN S ANQ,BAQ.NAQ.PHQ &2 C T, —EDHFEIEHELL - T TBARS
DAEICELS D ENRBOLNTZ &b JEEDNEBALEE 2510 T Al gEMEAS
IR X7z, PHQ XV EROD {EMEZ 7R LTV 2, IRE Otz Z g &k
<7V H LILZeV, PHQ 122V Ti EROD 1EME & R Dl L~ /L o> B3

ZHUE LIRS 72 A< &b PHQ OFE O tid CYPIA FHELIS O ZIAIZ X
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LSRN LD D,

6.3.2.2 X XU EDiRE{L

TR = AL E 27 1L ANQ. BAQ. NAQ. PHQ #XtHRIX., I 4 &
W7 5 REEIC T, ZEG)D 8HEE T2 HBXICHREZRIIL CHIEZIT> 72,
ZORR, HRX LB TREREDLONRNST=D T, LITRBEX & X &
O Lo/ R A2~ L= (Fig. 35),

ANQ %X CTl% 150 ug/L T4, 6 H BHIZ, 1500 pg/L (ZFB\ Tix 4, 6, 8 HH
X L AEICEVWEZRL, 4 HE22H 8 HBIZT THNAR= k& 37
ERERBRSN TS A Z R Lz, 15 pg/L TR EEX L 1ZIER UL 2R L, 23R
Si7eir o 7= (Fig. 35-a) , ANQ 1 1500 pg/L XD A HRE D isERLANGED 5 A= A3,
R BEITFN LY S 110 BEEE DMKV 150 pg/l 2> S ERLIEE RS Sz,

BAQ Z#BEX TIZ2 HHABXLO8 HHICOAZNTNDEFEX 2ug/L XTiX2 HE

DH) THEX XV HEICEWEEZ R LT, 4, 6 HBIZIZE2TOREXIZE W TF
X EFERETIR SN o7 (Fig. 35-b), 25O FEI S BAQ HiE Tlxk ¥ v
NI T DL EEE B A X DIRIZEINIZ EZT TR T2 AR B 2 b

7=

NAQ ##& X Tl 2. 4. 8 HHIZ 10 ng/mL & 100 ng/mL TIHREX L v AEIC

BVMEN R Sz, £7210pg/l DA 6 BIZH A ER EHNR 57, TBARS O &
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& LIAKE, 10 pg/L & 100 pg/L ORI ERF 72 21T b e o7z, £72 1ug/l
Tl 4 HEOARBBX EHEZRENR O (Fig. 35-0), 26 OFEEN D NAQ %+
FEIXTIZ 2 H B OIEEBRIC L 2MIEBEERSIEEZ S TWeZ EnBZ2 6
7o
PHQ #EZ X CTi% 4, 6.8 HEIZAETOREXIZEBWTHEEX XV @mVMEN L 57,
o TPHQ Z#FEX TIX 15 ug/lL & W o T ARIRE DO RZBE T HH LR LA F L AN
FHHELTWDZENRB STz, £728 HBIZIX VR = Wb "7 B BEICIREK
FHIRZENR SN (Fig. 35-d), 2D Z &b BTIEE D EFICH >N TiEMEREHS
SHENMEI Lo TERV N EEZ BN,

EREOREN D ANQ, BAQ, NAQ, PHQ & TOREBEMEICE T HLR=
ILE R ENEEIZEVVMEZ R LTI Z &b X X EPNEHEREEIC X > T
CHBREEZZ T TNl ERFRBENT, LaL, BAQ DA, ZTOHREREIFZNIE
REENSTZDONE LIV, PHQ TIXAFE DM (L & [FEk, % > /X7 B DR
BLIZDOWTH CYPIA OFE L DHEN A ONRoT-, IBE, Z ™7 EDOEREA
NLUADFERNOEZEZ D E D &b I HOMREA ML AXIEMRBIALAF L T

FEINT-LOTIERWATREEN S 5,

6.3.2.3 OXyPAHs ZBIC LV FEINDIERLR PV RIZETEHER

TBARS & B ViR = b & 7 EORITEFRER IS CYPLIA I X 2 EHY G
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ENEE N ONF R 7 O b & ORI RS Z &3 TE 7, PHQ DRk
ARNVARENGZEZ DL, ZOBMRMEITEWARET OH D B X bz, £,
BAQ 72 £ D X 5 IZHIR R IEE D LITHGE CE 1o b DD, X2 /7 B Ok 72
ERTNFERES L 20 olz, 2D Lnb, oxyPAHs T & (ZR{LE G %
2T DENLIL IR 2R D AT REME DN B % o

TEPERR AT OFER) & 72 5 LR BEITMBBEN O E ., K OGN 2 R A3
LU UEER EDRZET b D, IFE ORI OIS U IR E D RALEE 2%
FT5E I Far RUTHREEEZZT HNVTI ORITERBBROLERZFHRE L T,
I A BN M I AR RE P P I SE & ol e 297, Dk U i b &2 52 T 7o MifEl R, B oA
fa O LG E{Ed 2 L1272 % (Greenand Reed. 1998), # v /7 EOfE(LIZT X /
RS OUIR-CRIBH DB E 2Bl SR L, LV DIATFA =0, e ATV, &
ATA v Fur N NT 7 UERETIERRBRGEGZZ TR TVWE S b T
V% (Eaton et al. 2002; Sell et al. 2007; Moskovitz and Oien 2010) ,

TBARSHIEIZ 36U T U RFIZ BV EE D 2258 (A BRENRR 52 BAQ
& PHQ, ANQ T 2 O RERER TV b IR O g BEEE OB IR Digas 6 7 &
DFENBIER STz, Ml ) VIRENRICIREG 2320 5 & L& D LR £
MIREEIE R S8 20 | T ORER, MK DEEEESCMLE DT A 23355 S L 5 AlREME
WD, Flo, F2ETRLULIZL DIC ANQ ZFERHIZINEOKENEZ D, &4

DAEZFRE I T AR OMERTHONT LI RELLL DT I ) BHEOBITZ 37
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H Ol & BN H 5000 L, 4%, BRIEA F LA L AERNICHN 5 2%

R L NI > TENDIERICONWTIIZI LR DMAEDBLETH 5,

6.3.3 TRAF—HRK

ETAEF 2R T 2 12D FHITRE 21T > TV D, £DOELDL HIIET
FNX IR TH O | EMHERF O DICAER LI 3 VX — 22 e B I L
TW5, ERNOEZ =RV X —J{Th D ATP 1L, fihi R & ERER TEMNIC,
ZLTTCARIBE TR Z S ERESND, EWHIMLEWEITERIC R S D &3
W DTEM (L SN D DB 6T, TORBII K> THEEZZ T 52560850 |
ZZTTEHINHRESEESEL S L35, 2hbIZiTEF LY b REOZRLF
—INUBEL R, BAFEDOAA RO I 7 ADFER LY | %550 oxyPAHs T TCA [g]
KIS T 2 EBEROLEE), O, ATP AERRIZEI D D RS T ORI 2B 3 it
I, ARFETILERRIZ oxyPAHs ZFEDSIRF O ATP AEREICEE L D L 5 i
B b 2 TWDONTHART=,

ANQ. BAQ. NAQ. PHQ Z ZI ZI TR, B X 2 &7 5 IR
ZTEFGEP G AHE, 6 HA, 8 HHICRZERELL CTHF D ATP ZJIE L7=, ATPIX
KPR LR TR & =N R o7z, UL DMF B ERNEYTH Y . 2 aik
SMIHE L K 9 & LTATP A S NI ATREMED B 5, RTRRIX.0D ATP (X3 A 1 H]

il L CREREBIR SN oTo, BUT2FEIK L RBEIX & 2 i L TRER 2R L
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7= (Fig. 36),

ANQ ZEZ X Tid 4 H B LIREKRIFAIR2BA RN A 50, 159/l TiX4 H A
E8HHEIZ, 150ug/lL & 1500 pg/L TiX4 HHE 6 HA, 8 HHITIAHRX & HE 7%
MWEbIT (Fig.36-a), 4 H H2»DIREHRFRIC I Lo ATP I, BREEKF
HIZ ANQ DBEEENPRE <720 | ZORER ATP DIRABNRR -T2 LICXkD 2
LERRTEBZ BN, £o, ATP OAMEITRIREREXO LN RKE L, REX S
KRDIZHONTDMF X EZEDLLRVMER ZR Lo, ZiUTmiREE X O /NS D
ST TIEZR <. ANQ DEiREZFR OB LD . ATP OARDIHI S 72D T
XV EBZ BN, FBAED AKX AR I 7 ADOFERI S ANQ BFERED TCA [A]
B D AR OEENL, BRBER L TEORBOMIZEL L O ATP AR END 2
T, Tk, U ABROERBICHETOAEENRLONIZE DD, DMF X &
TENBRRERENRLONRP -T2, T LT, Zva—A GIP, G6P &\ o
7o FEAREHZ B o R 13RI 238 U CIifl S v Tz, 2D OFERNHHE 2
% & ANQ B FEIC K DIRERAFIIZR, 73D, RRRFH 722 AL AN I T MhE R CAERR S D
ATP BN LT Z LI L T D D0nh L7y,

BAQ X TiX 2pg/L T6 A HICHEX IV FEIZEWELZ R LT, £z,
20 ug/L iX 4 HHIZ <. 200 pg/L 1% 8 A BIZHEICHEAD T 2Em A R o7
(Fig. 36-b) MR & LT BAQ IFIREAKAFR, & D WL DB 2 288 28 H, &

Nighot-, HBAEDAZ R R I 7 AOFEERTIX TCA BN TOH R O EHE)IL 2
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NI R 7=V T DMF XL b M Bs oz, /-, 7 v a—Z GIP,
G6P I&. #EfEHIIZ BAQ #iff STz & & FBK I b DG D AR Mgt S
NTWe, ZOZ Enb, BAQ #HE THNTIZZ DN TCA [RIFK Ol X 234 =
o, ENE T TSR ORI BREEL DO O L O IR S hv, ATP G 2 HEFF
LEo & LmREMENEZ BT, 200 ug/l BFEX TiX 4 H HIZ ATP Ok etk
SNHEMAERLTEY, 72, 6 HEKXU8 HBIZ 200 pg/L T ATP DA B3 Jil
SNHEAPMEN LN SR ONT=Z LD, BAQ DEIRERZOMEBIZL Y | fifhk
D ATP DERMEEZI N TH 4 Tixe<, #RELTATP BEOBDREZ 572
Dt L, 2 b ERET 5 & BAQ IZHAREZ: ATP O EMER S FL 572 o
7DD, FEMICHREET 5 LRI L0 . BREREEDE < 72 512230 TRIFFIIIC
ATP DARAIH S HBMICH > T B R D AT,

NAQ BTEX TIXETOHEBZEXITHB VT4 HANS 8 HHIZHT THRUMER 2
O 1pglL T4 HE & 8HAIC. 10pg/l Tix4 HE.6 HH.8 HHIZ, 100 ug/L
TIX4HEB L 8 HHIHEEX EHFERENAONT (Fig.36-C) FEAFEDA XA
JADFERNOEZ D & TCARIBED a7 g, 7= g, Vo 203 DMF X LY
HLEMEl S ABERICH Y, £, Fva—A GIP, G6P &\ o - EHHIC B D
HRHD LA LRI SN TV, ZOoZ b, NAQ bAFE4HHEHNH6 HE
DRI ATP AR AT 5 L 9 R BN A U, £ OMGHITREKRFIIZHELS o7

DTIERWnEE 2 b,
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PHQ ##HEX CIIFFIC 150 ug/L TiX4 HEH, 6 HA, 8 HAWKCHE LW LA
BT, £7-.6 HEAO'8 HEIZIZ 15 g/l HF LW EAN R ST, & 51T 1.5 ug/L
TiE6 HBEICHWIEX L AERZEN RO (Fig. 36-d), PHQ #:52 XX fl1d> oxyPAHs
CNEE Y | BB RERFR e ATP AR EOMEENZRTRHIM A48 L CHlEZE s
T2 HAEDAZFRR I ZAOFERTIL, TCARIEKO L5 ATP AERKIZEE D> T
Langmg, 7~ VEE, Vv IBOEENLDMF X L IFIEED > TW o T2, £,
N a—2Z, GIP, G6P & W o T fiffE R ORI S 7V a3 — ANMENTBD T 5 H D
D, FFTHIFITIE T DMF X &[RRI fE 2 O R OHEMNRFRD Hiv, R
H?DGIP & GO6P IZDMF X LD 070 @M Z R~ L7z, 2D Z &6, PHQ X
ATP DARLHMILD oxyPAHS O X 5 IZHIfl &4 d Z & 72 <, NS PHQ %70, HE
MT 2720, HDHWIIEORBBEZE)N ORI T L7202 ATP O N Z FEBAIIZIT -

TW=DTIXRWhEEZ b,

6.3.4 7 UE=T OBRREERB LOEOMOEE

Z 7B DAL« BALS, T OMAR% IRAEHOIFENC L > TAEL LT U F
=TI EER @D YL TIIRFIS, FETIIRBIZ TN ENEREY &
U TG LTS ARG 5, ISk L, BEEIRESET B =7 24500 6 P
L7 E=THHETH D, & — WD TS, IFlRIZEBIT 2 % 37 B E A

OIBFERC EBF ISR CAER SN D T =7 IXEE, MR Z /LT~ L EiTn,
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R ~PEEE D, L L, IEEDHIZEIC L D WO fIEIC BV CRERE &
FofMENH o720 | IROFEAERHZ DO HIRFEFFEEER O, IREBE DO LB TEL DA
RNV VRE ISR OB R S TE Y ZNHIZE L TIIRFERIEH D 0
TENUICHEL L RERBIC L > TT v =T 2 RE~ERBLTVD LA SN
TV % (Ipand Chew. 2010; LeMoine and Walsh. 2013; Fujisawa et al. 2016) ,

FAEDAZ R I 7 ADFEFR LY | % oxyPAHs (Z8&F S - o JRFE (]
I D 2RIV AEIENKRELS LB L TN &b N TERBEIC LY B
(AR SNTT =T O, DEPEANATOILTW 2 ERHERI Sz, £
6.3. LIHODOHEFR LV, oxyPAHs ZFEIC LD, BN T CYPIA BNFE I TWZ &
5 CYP ARRD T D& 3B HAL, KT CYPLA I X 2 I HHT L > Tl &
DHTANKX =5 MBELT L7200 X X7 EORICER BIGFIT 7 5 Al HEME
INBEZHIL, TORER, TOWMBRTERINDGT VE=TOEHEL 2D TR
e FEINT, & 2 TARBFSE TIL, oxyPAHs ZEBERFOMRH T =T OREZITV,
Z DRI B E 2 R~ Tz,

ANQ. BAQ. NAQ. PHQ ZXfMRIX, LK 257 b RIS, ZRERPH
BB 8 HHET2 HBZICMARR L CTIEAIT 572, £ ORGSR, RFRIX & X
TRERENRONIRDSToDT, T ZERBRBX EEEEX L A LR e R LT

(Fig. 37),

ANQ 5 X Tl 1500 pg/L BFE X T 4 B B DB S/ e A3 /1S4, 4 A H
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6 HH. 8 HEITWEX LV AEICEVMELZ R LTz, 15ug/L & 150 ug/L IZH8W T 6
HBICHEZRENNZEO 57 (Fig. 37-a), ANQ ZRFEFHFIZITIAMLIX 2% 8 H B (ZHEN
LTV, TUE=TIIRBEREME L LCHRHAIN 2D, ZOWINZZz o
T DIZHN BT AIREME DR E 2 BT,

BAQ EFEIX TIX 20 pg/L & 200 pg/L 12\ T 4 H B2 HHEIME R 2N Z S,
20ng/mL 1L 4, 6, 8 HHIZHEX LV AEICHE, 200 ug/L i£4 HEH L 8 HEICH
X X0 FEICEVEZ R LT, 2 pg/L I TE X S FIXR UE# A2 LTl K& 7%
TR N> 7= (Fig. 37-b),

NAQ ZFZEX TR TORBREICI T4 H H D bR BRI 72 Mg R 23
Rbi, 1ug/l TiX6 HEIC, 10pg/l Tik6 HH & 8 HAIZ, 100 g/l Tix 4 H A
L6 HHEEB8HBICHEX IV ARIZEVWEZ LT (Fig. 37-c),

PHQ %% XTI A TORBREIZE W CREKRANEIMER 2 A bhiz, 1.5
ng/mL TIXAERETIR LN o724, 15ug/L TiX 6 H EBIZ, 150 ug/L TIXHEIZ
WX X 0 BEICEVEZ R LTz (Fig. 37-d),

WIILD 0XyPAHS & B A X IR CILRIZIERERGEICT v E=TBE S L5
SHDZEDRHER I BRBRICED T =T RNIRENCAR STV Z ERRIE S
Mo RERGENZRT =T RED B, EMRBOTZ0H ., H2WITE DED
OEE % X 2 7o OB 78 2 87 EARL (L) Z ATV, AN RERIRE D

FREILIZE L DL IKFTLHOTHA D,

105



BHAICR AT X927 =TI EMICH LIEF IO a2 R > TV D 7o BN

\

&l

(RENCER TR L TREEZRKITL T2 bD, =V AT
T =T 2 BBt DTN —y 7RO R B L 2 LIFRaPIET 5

ZENHE STV (Dalton and Calvin. 1977), EDOREBEX TH 4 HHLUENS D
W I I M 23 B S v, BsERTERUPE © T2 SR OTEMEIL DB S B 2 BT,
FFH2EOME LY BAQ, NAQ. PHQ TIXRMIA T T HIMNBEINTEY .,

ZHET B =T OFRMEMONOBEN S 5 ATREVEN B 2 Dvh LvZuy,

106



BITE BEBRLELYD

AHFFETIL oxyPAHs 23 fSHIRA~ G- 2 2 5088 2 BAMERBLES . I OB A E)
72 EMMBIE 2 D &I, oxyPAHs B#FEIZ K DB FRCHIEFEREDA T = A LD—
HAERATAZ L A2ERE LT,

W2 oxyPAHS 2MEJEIRIC KT L T ED & 9 2B E 5.2 D05 7201
AEGRBR 21T o T2, AWFFETIZ oxyPAHS O HIN G AFEFH,. 72+ 77 % 7 (ANQ) .
712-_AT7 > F 7%/ (BAQ). 14-F77 h& /> (NAQ). 9,10-7 =+ k
Lo/ » (PHQ) ZXISWE L L1z, & A X BIRIC oxyPAHs # &9 5 Z & IC X
D, BWEERE TEN TR R EEPBIE S, ANQ TIZIRE DR, BAQ
ITMERDO BAL, NAQ IFRAENELEER, HDLWITEFEMHENBE 5, PHQ TixF
A DIEFELCARIE IR BR DR, 72 ENFHEE L THET 6T, TOfth, 9 - M8
RO, DVRIEZR & OJEIRAS, 4T D oxyPAHs i F TR S 7=, Mz T, ANQ,
BAQ. PHQ IZB W TH A A F LV LA L2 AHERCRE L LI ALND T

= TIEEREREDIER 2 B LRI L L2, 26 OERIT 0 B A,

>

g

s

@éf‘ﬁ\

s

BAIRDIE, DFEZ 2L TWe, —J. NAQ Tl kfrfa i ECR
BoBl, I —27 %y 7 ORBINDGEZS < BIE2 STz, oxyPAHs [% PAHs & 1§ 723JH
PLL TSz, PAHs LRI U & 5 RN T T 52 L2 THIL TV 223, PAHs
TROLND XD 7T v—W v VIEGREAER DR DB S 4D —F T, PAHs #:82 CTiX
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RONRNE D 72, oxyPAHs AR DR E S L D7z, FFIZ ANQ DIFEE D= BAQ
DOMERDOBAL L Vo T BT MO FHWETHLHE VO TWRWEETLE L E 2
bd, ZOZ b, NUBVRIZEBEDRAST HEE D oxyPAHs & PAHs
DN S HRREZBRBA D= X LHRERH D EFZ X Lz, £z, SR
ZAiEl % D PAHs DSCBII L NI FFON B U BROHED IR > TH 7 0 @ L T g
ZEDBHB LTV D05, oxyPAHS [ I E [E A T OMUIZ 1T 5 3072 VWVEFEEY 70 5222883
BN Z L REBRFFEO 1oL LT R OND, o, RUBUVEROHN R
ST T2 TR B o T BN RICEINTZ T 0 B 720 BRR DI A0
ERIEMEL T, A%, SDICHERBA N =X LZHER LT BERH 5,

55 3 TIX, oxyPAHs Dt A X R CTOFBERBIA 1 = X L& 5T
DI AL R I 7 AfENTEFIALEL D & LA, ZNE T, BFEE B L2241
I3 GCIMS IZ X HFHD A Z A1 I 7 AT OB £ 0 o lzizdl, TDA M
WERGET 2MERH D N R 7 LT 0 aAf Zxtge b LT, OB EEN A
AR I ATHRITE 20 E I 0ERGE LT, IEWE & LTI DAY THE
WBE B2 D LBNHMOND T A A B RBWE L L, 3 A (NS % H
LT, T ONREEE ) b BIROE 2~ £ OfER, RBEERIENII T2
RS HUBERE DRI, TR X — B D R L O DR RN IR D ARG
MEBN RS2 EI2ED, GCIMS A ¥R 7 A0a AERHRINT-, A

DEFEE A LA w7 2Tl LIZBNEERNATIEE A L7 < 2B ARIFED E
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FERRETH LD, 2B,
GC/MS A Z AR wm I 7 ZAOFHMNHER TE 7272, oxyPAHs ##% S L2 iR
DR EE 2 JH T2, T ORI, oxyPAHs BFEIC L D 3 oD@ Uiz, BN 2

WIFD ZEN TSN, Tbb,

1) BBAETOERET ZAaV e e a7 =0 2T 57 I BOBY L, K
HEND &I DHICK T 5B U

2) INH I VBRT ANT X R EORBEE NS, WhTERShIZT %
=T O ERITIC

3) fiRKER KO TCA [BIFE HF ORI EE ) D | =R F— RIS 2 5803 4 U

mENFET T

1) TREAODBRAGNTZT AL e BT, SEOERS THDL a7 —7 Eik
IR IROGEESHZTZ A, ANQ, BAQ, PHQ TREL A LT, &bicad—
FUoRBRT A7 I Bot FaXxe7nl U HAEICHED LTV, 2Ok EN S
OXYPAHs Z2FEIC LV 2 7 — 7 U N IER AR S VT BB TE RS B S A, & OFE R,
NEFMAR, HEBOEM, FHOBMBELZ0TIERVWNEZ I BN, 22T
555 WCHCE - i HEEAICKD . RE ST AR, FRCEEERICER L

T oXyPAHs O F R B 2 5B 2 Mk L=, T OREHR., £ oxyPAHs ZFE 2B\
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Th Ay 7 VIE LI S FHEZ BT S0E 2B S TO R WA <
WL L7z, 7o, BEEOWEEEBZEREN T RNED LS o1, A v
JVERE D3 RIT T DR DI & A EITERZE, R EEH OB RATH D b DNZE
VB ZHED TV & EFEORE LIS bk & 72853 OHRE 8 RS DR B %
SBEINT, £, FRICIREHD OE OB O T HF RIS oxyPAHs Z#E 13K
LB EEIDENTRBRENT, MATEEFORISEEZNENHK LIZEZA
2 TP oXyPAHs [IZBWTHBEIZELS 2o TWDH I EWRBINT, I DHOWEE
RO AR AEITEE & 72 WFFE03 72 S TR Y | T OILEMED D SR O R FRIRIE O 1% 7= 1
FaDZE SN oxyPAHs ZERICK VBl s SN ETE RV EEZL LN
(Langille and Hall 1988) , 7=, Zi1 6 O'F YAl L 2 BMEIBIEITN A T, e %
527 —rrHmoe Faxe el VE&EZE L, ZORE, FrICE#E 5
HHTETO oxyPAHs #BZEX THEF O Faxy 7o) VENRED LTS Z &N
TR Lo HFIZ oxyPAHS O THIRAN R A IE A B EEH I L7 BAQ D Fr¥F v 7o
VY E@ENNESD EWSFERBELN., a7 = ot Fudrral R
BT 2DEaT—FUERERR AT = L0 RECME ORI R R L KIZ
T ZORERIX oxyPAHs BERICK Y EF 27— NS NT . IEFREE D
ENIER S 2Dy T DH IR B 5 2 EO R BRABR TR O WIZEHR O FAFC O -
L, R AT B 22O BFER 8 2 FEEMEN B 2 DTz, £, TR ORGEIC L D |

ALZRE I T ZADFERNG TFHRINT 1) ORGUTIZITEIES 1v7z,
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2) TN A I VBT ART X Ul EONBMET | IR Tl
F2T =T BRAEL, TR AERFOLER OCFEFHRICES Hbo7z & T L
7oo FFICHEE | oxyPAHS | X CYPIA IC X 2 MR Z e A X WP TZITH B2 6
nicicd, CYP1A iHBEDNA F~v—H—Th % EROD OFEHEEZF]H T, £TD
OXyPAHSs /3 DIREFIEH 2 H DD RN TOIEMIHNT CYPIA b > Tz Z &
AHER L, TUE=T7TRAEREEEDOLEH) 24K oxyPAHs (2t A X I IRIZ&&E L T
77 TDFE, F 6 ET/HRLIZLIITETOD oXyPAHS [ZRFR STt A X RN T
B O NCIREI 72T B =T NERL TS Z EE2 R LIz, 7 E=TI134EMIC
TRV HRNEETH D, OXYPAHS 2T K D Z OWFEIR T =T OARITE A X H
I A L O AT RO R EHEFRIC R E S b o e rlieiEREm W LB 2 b, F
FORBIZI=V AT =T 2 BET D LT V—0 y VIEGHEL 2 LT
AR T 2% 2 L3 A STV % (Dalton and Calvin. 1977), & OFER 55 oxyPAHs

REICLVBRNIHAE LT VBT D A X IRICEEL B 2 GEHSICEE L

%ﬁm

T2 DM BbiLlc, £lo, AZARa I ANBE N 2) OTEBIZEFTEIES L

7-EEZTWVWD

3) DR —ARITE 5 L T DGR DR 26 < W23 SERS I X #E L s

ST, ATPARD EZHHITCARIKE THD Z L) FTH A<, TCA [BIEE %1%

T AEBIBROF THENIZ, ag@Bnb 7~ i, Vo a3, 72F L CoA IlE

HFETOMICTCARIKBCAERINSETO ATP NER SN TS, L flziE,
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ANQ. BAQ. PHQ 72 CIIH SN = U BB OB E IR INHER TE 1=, 7 = )
B ANy BRICED T TORBREE CIEFIEL ATP I3ER SRR, 2D, 7o
B A ED L HIZ ATP AERLDOIIUZET D> T D OB L <. 5B OM
AERED 1 D ThHH EEZTWVDH, —IIZIZa T BORIEME Ch 5 7 = BBO
AP D e, 7 UG anyBRICEDSMREREEICBOCTHRREYD & 725
- X TINH N E TIVE I VR 8 DORBEERE AW TAEREML, s an
I W T DIRRE A E o Tot’ . ATP O LZEAERR EIRIEEAZ S, L, Bl H
RLTcEBY | 78 I BIEE O OMRERREEEIC 32 < Bl » T 5 L ihE

RBTHY, INEIVEBOBE T T ATP AR E ORE aTERED L
L ED2AXYITNVENFRETINT I VSO 22 FHET L2 ERE L,
I ORBEE) & ATP AR ORMBEITASHOMEL L7z, AFE TR+
— R D ATP EpiE L oxyPAHs ZFEOFEE %2/ L THH LT L

OXYPAHSs |Z 5% STz O ATP Ak & & ORI 72 BB 2 i1~ 72, T OFER,

ANQ. BAQ. NAQ &\ o7z oxyPAHs [TZ&FEIRENE < 72 D224 T ATP DRk %
T2 XD @& 2352 LRI LTz, AT PHQ B#ERF DI, ATP DAERK
MEEEINDZ L2 R LT, AR EYTH S, oxyPAHs 252, & L CTIH~D
Iz, v AXHIRTEERIEY) TH D oxyPAHs Z &2 D, HHDHF
Bt HWTIRSN~ L oxyPAHs ZHEHT 5 Z L 2R 5 B2 N5, ZDTEDITAR

KTHIVUIKRED ATP BB LR DT TTHY . T2 TATP OAERAIH END Z
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CNFIRIZ & > THEMAIZ R Y vhadely, EERIZ, B 6 HT/RLZL I, ANQ &
fr< BAQ. NAQ. PHQ TIIILARIRE CIRE OmmRb 2 fEsd S4v. £72. ANQ.
NAQ. PHQ T® DFEEHIM /e Z L/ B Ot bR S vie, b DA k
ZVIMEFAET DL < O THEC T & BHER S N7, B A X IIRIZ & - TITEE
RCERVEE, RERPBELZSIZEI L CWEAREERH D, & 2T, ATP 23] &
D EWD Z LITEOfE & DIRIZKT 2RO R Z B L, EBEICEEICEN L
BHm b B2 HiLDH, oxyPAHs ZFEIZ XD ANQ LISk BAQ Tl bl
RERE CAHEA 2 LI AROIEABIE S, NAQ TIIHBAENEIEE T, FAE
WHEATZ & L TH AT S ML LT, 2 b 0BT ATP DRk & il
S, BB LA R U RAENEHEICEbD o TR Z 2N E 2 vz, —J7 T ATP
DR T L AMRHE S LTV 2 PHQ ZREERE TR R ICEI 3 2 AR 1”& 2
DRI EICHINL TRV | TCA B ATEH T 2 a sk, 7~k U=
Bl W o TR AR S ZUE ERMf ST RN ERgnoTc, £72BAQ 72 L
THIRMERIZBE T D R A MERE STV D 2 & A3 ffEsE T X | ATP R O 1l 23
ANQ X° NAQ X ERAITIX R 0T, ZDZ &b, HYBEFBRFOIRT ATP DR
X TCA BKIC X 24T B AR TE WA, Fba— A Timzsd 55K
BHCRESIKFESIND DTV EFZ X BIve, 3) TR LIV F—ARICx T
DRCBIL, R ATP ZERNCHE L, £ OEEZFH~, S 512 EROD kA L

Al EOEMERERNIIRS LAEDLE D Z LT, HOREBRPN RO TN
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EBER D, FTo AT L WA X AR I 7 R X D= R VX —AROFH S |
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Table 1 Effects of exposure to oxyPAHSs in embryos and hatched larvae

Nominal Measured Mortality Time to hatch Frequency of Frequency of morphological
Chemical concentration concentration %) @y abnormalities in embryos abnormalities in larvae
(ng/L) (ng/L) (%) (%)
N’N-dimethylformamide - - - 9.1 (%0.5) 0
320 169 (+£72.3) @ 0 9.4 (0.4) 0
800 518 (£160.9) 3(+43) 9.4 (£0.8) 3(*43) 5(£53)
Acenaphthenequinone 1000 573 (£215.2) 3(£43) 9.9 (+0.6) * 5(%5.0) 10 (£0.5)
2000 1113 (+346.0) 15 (£5.0) * 107 (£1.3)* 20 (+10.0) * 33(£12.7) %
5000 2720 (+1489) 93 (+8.3) * 113 (+0.5) * 100 (+0.0) * 100 (£50.0) *
5.12 447 (£0.4) 0 9.2 (%0.4) 0 0
12.8 9.86 (£2.1) 3(£4.3) 9.9 (£0.7) * 3 (£4.3) 0
7,12- 32 224 (£14) 15(x15.0) 9.4 (£0.8) 35(£5.0) * 47(£179) *
Benz(a)anthracenequinone 80 64.4 (£5.8) 35 (£5.0) * 10.7 (£1.0) * 23 (£22.8) * 66 (+£12.9) *
200 165 (+15.6) 48 (£32.71)* 10.7 (£0.9) * 83 (+13.0) * 69 (£40.0) *
500 468 (+£36.3) 100 (£0.0)* ob 100 (+£0.0) * 0
12.5 789 (=1.1) 0 9.8 (£0.7) * 0 0
25 16.6 (£1.7) 0 9.6 (£0.8) x 0 0
50 36.5 (£3.7) 5(£5.0) 9.4 (£0.7) 5(£33) 0
1.4-Naphthoquinone
100 743 (£11.8) 13 (£83) * 9.9 (£0.7) * 10 (£10.0) * 66 (£18.6) *
200 145 (+£17.4) 78 (£14.8) * 10.8 (£0.9) * 98 (+4.3) * 75 (£433) *
400 314 (+36.3) 100 (£0.0) * 0b 100 (£0.0) * 0
50 46.5 (£4.4) 0 9.1 (%0.5) 0 0
100 80.7 (+£10.8) 10 (£12.2) 9.3 (%0.6) 10 (£10.0) 3(£5.4)
Phenanet%r,legl-equinone 200 155 (£17.3) 25 (£11.2) % 93 (0.8) 23 (+43) * 47 (£226) *
400 347 (+32.0) 85 (5.0) * 10.9 (£2.7) * 75 (+15.0) * 100 (£0.0) *
300 734 (+101.0) 100 (£0.0)* ob 100 (£0.0) * 0

*Significant difference from the solvent control group (p < 0.05)
a Numbers in parentheses represent the standard derivation
b All individuals were killed during embryonic development

115



Table 2 Concentration of NOEC, LOEC, EC10, and EC50

Chemical NOEC LOEC EC10 EC50

(ng/L) (ng/L) (ng/L) (ng/L)

Acenaphthenequinone 573 1113 656 1222
7,12-Benz(a)anthracenequinone 9.86 22.4 8.02 35.6
1,4-Naphthoquinone 36.5 74.3 35.6 66.2
9,10-Phenanthrenequinone 80.7 155 55.6 118
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Table 3 Effects of exposure to oxyPAHSs in embryos and hatched larvae

i . , Frequency of Frequency of morphological
(Nominglh:::cceﬂtration) Group name Mol;tahty Time to hatch abnormalities in embryos agnorn:(alities 'ul: larvage
(ng/L) (%) (day) %) %)

Control - 0 9.4 (£0.1) 0 0
E-1 0 9.2(0.1) 0 0
] ] E-2 0 9(£0) 0 0
N’N—d1meglg(l)§ormam1de B3 0 9.5(£0.1) 0 0
E-4 0 9.5(+0.3) 0 0
All 0 9.3(£0.2) 0 0

E-1 87 (£4.7) 11.3(£1.3) 100(+0.0) 100 (£ 0.0)

E-2 83(+17) 74(+53) 83 (+12.5) 63 (£37.5)

Acenap}é%%%;quinone E3 8(£82) 11.4(+1.0) 100(+0.0) 26 (+13.0)

E-4 37(£20.1) 10.6(£0.3) 20(£8.2 40 (+26.3)
All 100 (£0.0) - 100(+0.0) 0

E-1 87(+4.7) 10.5(+0.7) 87(+4.7) 4(£5.9)

7.12- E-2 97 (£4.7) 1) 100(+0.0) 100 (+0.0)
Benz(a)anthracenequinone E-3 100(£0.0) 0 100(£0.0) 0

(500) E-4 3(247) 9.7 (£0.1) 3(£47) 3(+47)
All 100(+0.0) 0 100(£0.0) 0

E-l 40 (£29.4) 10.8(+0.6) 53(+20.5) 66 (£24.5)

E-2 7(£4.7) 10.0(+0.4) 0 11(£0.5)

1’4'Napgg(‘)’)qui“°ne E-3 43(£12.5) 11.7(+04) 60(£82) 90 (+7.4)
E4 7(+4.7) 10.8(+0.6) 3(+4.7) 0

All 78 (+14.8) 10.8(£0.6) 100(£0.0) 100 (+0.0)

E-l 10 (£0.0) 11.2(+03) 0 22(£9.1)

E-2 40(£8.2) 10.7(£0.6) 67(£4.7) 44(£4.2)

9’10'Phena?jggl)enequm°ne E-3 63(£18.9) 123(+12) 77 (£17.0) 64 (+38.1)

E-4 97 (£4.7) 15() 100(+0.0) 100 (+0.0)

All 85(£5.0) 10.9(£2.6) 100(£0.0) 100 (+0.0)

E-1: exposure from post-fertilization to 1 day post-fertilization (dpf); E-2: exposure from post-fertilization to 2 dpf; E-3: exposure from post-fertilization
to 3 dpf; E-4: exposure from 4 dpf to hatching; All: exposure form post-fertilization to hatching
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Fig. 1

Effects of individual oxyPAHs on medaka embryo development. (a) 5 (day post fertilization (dpf)
embryo after exposure to 2720 pg/L ANQ. (b) 4 dpf embryo after exposure to 468 pg/L BAQ. (¢),
(d) 2 dpf and 8 dpf embryos after exposure to 314 and 145 pg/L NAQ, respectively. (e), (f) 3 dpf

and 8 dpf embryos after exposure to 734 and 347 pg/L PHQ, respectively.
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Fig. 2
Effects of individual oxyPAHs on larvae. 3 day-post-hatch (dph) larvae after exposure to (a) 10
Hg/L DMF, (b) 2720 pg/L ANQ, (c) 165 pg/L BAQ, (d) 145 pg/L NAQ or (e) 347 ug/L PHQ.
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Fig. 3

Concentration-response relationship based on EC10 (Fig. 3a) and EC50 (Fig. 3b) values derived
from medaka embryos.
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Fig. 4
Effects of individual oxyPAHs on larvae. 3 day-post-hatch (dph) larvae after exposure to (a) 10
pg/L DMF, (b) 5000 pg/L ANQ, (c) 500 pg/L BAQ, (d) 200 pg/L NAQ or (e) 400 pg/L PHQ.
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Fig. 5

Cannula inserted into urinary bladder of carp.

1: urinary bladder, 2: silicone tubing A (STA), 3: silicone tubing B (STB), 4: polyethylene tubing,
5: urogenital aperture, 6: anus.
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Fig. 6

Comparisons of (a) hematocrit value and (b) hemoglobin concentration in carp blood. Asterisks
show significant difference to control group (p < 0.05). Error bars show the standard deviations

(n=5). Hemoglobin concentration between control and exposures were not significant difference.
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Fig. 7

PCA score plots of PC1 vs. PC2 from GC/MS metabolites profiles in carp plasma. Circles show
control; squares, low exposure group; and triangles, high exposure group. The figures in

parenthesis show contribution rate to PC1 and PC2.
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PC1 and PC2 loading plots obtained from PCA showed in Fig. 3. Metabolites enclosed solid and
broken lines have significantly positive and negative correlations to separation on PC1 resulted
from PCA, respectively.
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Comparisons of metabolites related the regulation of osmotic pressure in plasma of carp among
control and exposure group. Asterisks show significant difference to the control group (p < 0.05).
Vertical axis shows the corrected value derived from the peak area on the GC chromatogram.
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Comparison of creatinine, urea and ornithine in plasma of Carp among control and exposure groups.
Error bars show the standard deviations (n=5). Vertical axis shows the corrected value derived from
the peak area on the GC chromatogram.
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Comparisons of metabolites related energy synthesis in plasma of carp among control and exposure
group. Asterisks show significant difference to the control group (p < 0.05). Vertical axis shows the
corrected value derived from the peak area on the GC chromatogram.
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Fig. 12
Comparisons of metabolites related TCA cycle in plasma of carp among control and exposure group. Asterisk stand for significant
difference to the control group (p < 0.05). Vertical axis show the corrected value derived from the peak area on the GC chromatogram.
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The time-dependent responses of the fish to ANQ were examined by the trajectories derived from
PCA analysis. The trajectory for metabolites in the each group curved left to right from 0 to 6 dpf.
Blue show control; red, ANQ exposure group.
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The time-dependent responses of the fish to BAQ were examined by the trajectories derived from
PCA analysis. The trajectory for metabolites in the each group curved left to right from 0 to 6 dpf.
Blue show control; green, BAQ exposure group.
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The time-dependent responses of the fish to BAQ were examined by the trajectories derived from
PCA analysis. The trajectory for metabolites in the each group curved left to right from 0 to 6 dpf.
Blue show control; purple, PHQ exposure group.
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The time-dependent responses of the fish to BAQ were examined by the trajectories derived from
PCA analysis. The trajectory for metabolites in the each group curved left to right from 0 to 6 dpf.
Blue show control; orange, NAQ exposure group.
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Fig. 17

Comparison of metabolites related energy synthesis in medaka embryos between solvent control and
ANQ exposure. Vertical axis shows the corrected value derived from the peak area on the GC
chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference
to the solvent control group (p < 0.05).
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Comparisons of metabolites related TCA cycle in medaka embryos between solvent control and

ANQ exposure. Vertical axis show the

corrected value derived from the peak area on the GC

chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference
to the solvent control group (p < 0.05).
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Comparisons of metabolites related urea cycle in medaka embryos between solvent control and ANQ exposure. Vertical axis show the corrected value
derived from the peak area on the GC chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent
control group (p < 0.05).
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Comparisons of metabolites related collagen synthesis in medaka embryos between solvent control
and ANQ exposure. Vertical axis show the corrected value derived from the peak area on the GC
chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference
to the solvent control group (p < 0.05).
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Fig. 21

Comparisons of metabolites related urea cycle in medaka embryos between solvent control and BAQ exposure. Vertical axis show the corrected value
derived from the peak area on the GC chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent
control group (p < 0.05).
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Comparisons of metabolites related neurotransmitters in medaka embryos between solvent control
and BAQ exposure. Vertical axis show the corrected value derived from the peak area on the GC
chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference

to the solvent control group (p < 0.05).
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Comparisons of metabolites related collagen synthesis in medaka embryos between solvent control
and BAQ exposure. Vertical axis show the corrected value derived from the peak area on the GC
chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference
to the solvent control group (p < 0.05).
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Fig. 24
Comparisons of metabolites related urea cycle in medaka embryos between solvent control and PHQ exposure. Vertical axis show the corrected value
derived from the peak area on the GC chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent
control group (p < 0.05).
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Fig. 25

Comparisons of metabolites related TCA cycle in medaka embryos between solvent control and PHQ
exposure. Vertical axis show the corrected value derived from the peak area on the GC chromatogram.
Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent control

group (p < 0.05).
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Fig. 26

Comparisons of metabolites related collagen synthesis in medaka embryos between solvent control and
PHQ exposure. Vertical axis show the corrected value derived from the peak area on the GC
chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference to the
solvent control group (p < 0.05).
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Comparisons of metabolites related TCA cycle in medaka embryos between solvent control and NAQ
exposure. Vertical axis show the corrected value derived from the peak area on the GC chromatogram.
Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent control
group (p < 0.05).
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Fig. 28
Comparisons of metabolites related urea cycle in medaka embryos between solvent control and NAQ exposure. Vertical axis show the corrected value

derived from the peak area on the GC chromatogram. Error bars show the standard deviations (n=6). Asterisks show significant difference to the solvent
control group (p < 0.05).
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Fig. 29

Transparent specimen of larvae exposed to individual oxyPAHs. 3 dph larvae after exposure to a 10
pg/L DMF, b 5000 pg/L ANQ, ¢ 500 pg/L BAQ, d 200 pg/L NAQ, or e 400 pg/L PHQ

1: meckel’s, 2: basihyal, 3: ceratohyal, 4: palatoquadrate, 5: ceratobrachials.
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Fig. 30
Transparent specimen of larvae exposed to individual oxyPAHs. 3 dph larvae after exposure to a 10
pg/L DMF, b 5000 pg/L ANQ, ¢ 500 pg/L BAQ, d 200 pg/L NAQ, or e 400 pg/L PHQ
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Comparisons of (a) bone number of ceratobrachials and (b) length of basihyal bone in 3 dph larvae after
exposure to a 10 pg/L DMF, 5000 pg/L ANQ, 500 pg/L BAQ, 200 pg/L NAQ, or 400 pg/L PHQ.
Asterisks show significant difference to control group (p < 0.05). Error bars show the standard deviations
(n=3).
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Comparisons of hydroxyproline concentration in medaka mebyos (a: 5 dpf; b: 6dpf). Asterisks show
significant difference to control group (p < 0.05). Error bars show the standard deviations (n=3).
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Fig. 33

Comparisons of EROD activity in medaka embryos exposure to ANQ, BAQ, NAQ and PHQ. Asterisks
show significant difference to control group (p < 0.05). Error bars show the standard deviations (n=3).
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Comparisons of TBARS in medaka embryos exposure to ANQ, BAQ, NAQ and PHQ. Asterisks show
significant difference to control group (p < 0.05). Error bars show the standard deviations (n=3).
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Comparisons of carbonyl protein concentration in medaka embryos exposure to ANQ, BAQ, NAQ and
PHQ. Asterisks show significant difference to control group (p < 0.05). Error bars show the standard
deviations (n=3).
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Comparisons of ATP in medaka embryos exposure to ANQ, BAQ, NAQ and PHQ. Asterisks show
significant difference to control group (p < 0.05). Error bars show the standard deviations (n=3).
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Comparisons of ammonium ion in medaka embryos exposure to ANQ, BAQ, NAQ and PHQ. Asterisks
show significant difference to control group (p < 0.05). Error bars show the standard deviations (n=3).
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