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Abbreviations
I A Ji4h 4
AIQS Automated identification and | HEIRIEETEY AT A

determination system

BFRs Brominated flame retardants B3 R HEPR A

CHLs Chlordane and its related compounds | 7 n/LF & ZDOMAEWME (/ F 7 Lt
(nonachlor and oxychlordane) IR 7T V)

DBDPE Decabromodiphenyl ethane FTATAEY T 2= H

DDTs DDT and its degradation compounds | DDTE L 0% » 4y 4 k% (DDE &
(DDE and DDD) DDD)

DL-PCBs Dioxin-like PCBs XA A% EPCBHE

e-waste Electronic and electrical wastes B - BRI

FATE Finely-Advanced Transboundary | (72 L)
Environmental model

GC-HRMS | Gas chromatograph coupled with high- | # 27 v~ 7' 5 7 -& /pfifGeE &4y b ik
resolution mass spectrometer i

GC-MS Gas chromatograph coupled with mass | # 227 u~ k7 J 7EH &/ ikEE
spectrometer

HBCDs Hexabromocyclododecane (o, B,y | ~FH7umxrrua RFh (B, y- B

isomers)

%)
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HCHs Hexachlorocyclohexane (o, B, y=-isomers) | ~F %27 a7 a x4 (a, B, y- B
%)
LC-TOFMS | Liquid chromatograph coupled with | ®{&Z v~ ~ 7 T 7 RATHRERTRVE EOHT
time of flight mass spectrometer e
PAHs Polycyclic aromatic hydrocarbons %05 H IR KFE
PBDDs Polybrominated dibenzo-p-dioxin RV RFCT R NTGH A F X U FH
PBDEs Polybrominated diphenyl ethers RYVRF T 7 2=V —TFT VI
PBDFs Polybrominated dibenzofurans RV RFBLT RV 7T 8
PCDDs Polychlorinated dibenzo-p-dioxins RUMEHRCT X NTG XA F X U FH
PCDFs Polychlorinated dibenzofurans RUEHRILT X 7T %A
PFRs Organophosphorus flame retardants Py  DINEY 08|
PCBs Polychlorinated biphenyls RVl T7 2=
POPs Persistent organic pollutants T B8 VA B e e
QSAR Quantitative structure activity | & & H9HE & 15 PEFH B
relationship
QSPR Quantitative structure property | & & R E Y M FE BY
relationship
SCCPs Short chain chlorinated paraffins SRR NT 7 4 U
TCIPP Tris (2-chloroisopropyl) phosphate VUoBRrY R (2-7uvnA Y7 rEN)
TIPPP Tris (isopropylpenyl) phosphate Vo h) 2 (Y TFRELT =)L)
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PCBIH YL, HAZ BT % < OJeil TEE O FER 2 & T, 1980F AR AR 2RI M 12 & 5 23,
HMEI 72 & CIEVE YR ElE O BEIE R IR 2 AREE M OFR D b il WA b A ST WD, £T VT O
BAZE R LE - BBLEIZ I 1T 5 PCBRRPOPSIZ X 27 Y DILRREREFEAM O K bIEM I Tk AAL
W~ORMOREBELBEISND, —J7, 2004F57 1 THREAEARIGREWEICET A by 7 AL A%
%) (POPsEA) | 3 8%h L, PCBsE Lo 12fE O AL R AL-A4 (BEAFPOPs) O #4ik - ffi A - gy i A O il BR
FEE XA O EIT L BEFEY) O IEAL D HENED b, DREICB W THLFIEIC L DHH & &bz,
PCBHFHEVEIC & » CPCBEIEY Ol EAE N HERE SN T WD, 6> T, 5B LIAH - MERoOF M
WZOWT, MR RRREE=2Y) 72K L, T2 4E H D, & ITKBEAEREROEELHEKX
HEEITIL, RO U PCBSPPOPS IR « T2 2 L h | WERY 7215 G D IF RAIGHAT 733K D &
nNo, £/, 7 v—rULePOPsOHEH « IR AIC X 5 A ARTHE~DOREZ M+ 5720121, BEE
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SWIREEHAROBRFNLEEND,
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DR SNDZL LR, SH%FNALOBREHIITEBL TW ZERHffsns 23, GA-GLO
FIRRBETE, BAERMR S4B L T, RENCEREAMITMGET 5 LRI D, —F . FHIPOPsD % 4
LUV DORREZEACICE T 2 HEMIEIIRZREN TH Y | BRIIT— X TFE A EERB I T2,
X B2, FHIPOPSLIAMC b . BREZHIZIZPOPs & Ll O BREE T RB R IECIBIER R AERE Y RV 2 5T HWE
NDHEETHZELBZZONDN, BHROBRET=XY 7 TiX, TOFHERERRIEREI A TELT, 4
B THERFWE] ORAT Y —=2 7005 RO R SRIIFHN A FRE & 72> T 5,
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(F@B)-4) . Zhbof T, EITHEEY RERA (PFRs) T HTIPPPITM R EFHI N D72
EMB, PFRs&E RIS & LIZLC-MS/MSIC K D2 — 5 v b2 b bW THFE LA R LTz, ZOfRER, —5F
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Concentration by CTA-AIQS (ng g dry wt)

0 1000 2000 3000 0 75000 150000 0 15000 30000
' L L 0 .
2 2019- 0-10
2011- § 2019- 2010 [
1997 \ ‘ mid-2000s 60 0-7
L POPs and 2010- 10-20
Alkane®AHs Sterols industry} g PAHs 1995 B
1994- early 2000s - 61 1995- I POPs, Industry,|  20.39
s 1981 19805 g4 1% DPChe
g [ 16 Alkanes Sterols POPs, Industry 1980 040 §
5 ' . . ©
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W Hi L Fm PBTx* CECs
PAHs 1-Methylnaphthalene ISR O X X
2-Phenylnaphthalene B O X X
2, 6-Dimethylnapthalene KB O ? A
Acenaphthylene BT O X X
Anthracene B S O O O
Chrysene ISR O O O
Fluoranthene B S O O O
Sterol Cholesterol ISR O X X
Cholesterols N O X X
Beta-sitosterol N O X X
Stigmasterol PN O X X
Campesterol KPR @) X X
Cholestanol N O X X
Stigmastanol KPR @) X X
Industry TIPPP B - KB @) @) O
TDMPP PN @) X X
4-Bromophenol B S O X X
BHT PN @) X X
PPCPs Fexofenadine PN @) ? A
Diphenhydramine KPR @) ? A
Clarithromycin N O ? A

*PBT : Persistent (P), Bioaccumulative (B), and Toxic (T) nature
CECs : EMFHE
A SEPBTREICAR 5 B - BT RFHIRR AL EN 2 W ER

5—2. BEBURE~0OEM
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b, g =27 EHZBIT DPCBs 7 T v 7 A DFERIFENT 2> & . PCBs D B BE A {Ar 1L 20004 AR LLBE & 7k
HmZdH v . EH OPCBEEIEMSE OB R DR R H B b T\ D L Sz, DL-PCBsE TedaF Ak
FAFX VU HORBEAMBEBHEMICH Y, FHEEBRTRONFICL b LIS, —F., b
BAGTAEICBWTYH, BRORESE L bR DPBsAMO LHIVRBR SN, LER-T, $EF - 20
L DERIC L BPCBsDBRETHEHIC oW TR, SR OEROMKGE & & bic, KERZBE L& - K
DEARLARN LA RO BER O IR 2R AEERK OEMNLEEN D, £/, CB-110 K 5 RIEE XM
ARLDPCBSIZOWTIE, ZORAEFSCHEH A v X MU —IZHTERBIZTEALERLS, 5%OENS
OEREHBENPBRETH D, SHI2, ENAOLIEA72PCBs ORFZE R /34 2 MRGE L7 R, T U7 56 H
RS 2 ENEE T, TEOBRKEAMNO L2 RBT5EFANL LN, Ko T, HANLOWE
Wik DL Z I DWIEFICB W T, M=) v 72 E L, SHOEROHEBSCEINADL O
PCBs D i ik T A2 DN THRGIE, A9~ 2 B & D, LA PE - FIFH A3 HLH 4 72 PBDEs D BRBE A fif 1%, 2000
A PABAR I A 1285 U TV 5 & b % 25, NBFRsDBDPEIZ A #% D BREE AT MG RIB SN D Z &)
O, BIEMEE=F Y VT E2iTo TREAMOEBMICERT OILERS L, T, BEHORFILL A
¥ UM, & < ITPBDFs D F B2 58 A YR I X PBDER A HER BT AR IC & 2 & HEZE S 4v, PBDEsIZ K4 2 i
Hilillx, BB A X CHOBEMBICS —EONREEZ TnDHEEZILND,

S HITABFIE TIX, 1977 5199041222 1T THA LI ZE 3 THEBR S 4v72 b B D I EUEE & 1980-20194F
W C B AR BRI I R« RS LT EEARE (D AT R e R AI AN D A ANT A F A )
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DI R B 2 AL M I3 UL R 38 L ONEPE D A RE R IS 51T D POPs D B R A1 2841 % M b L 7=,
IZE D b BT, 19704 D B 19904E T 6] 1T PCBs D I FE N A B LT\ % —J5, PBDEsi
FEN ER/ LI Z ENRSic, 72, 200041 AR IXPCBs « PBDEs & HICH B RBEZEA D202 & AR
STz, BFETIX, PCBs & DDTs D F FE IR L 13 198044 2 5 20004 AR I ) 1 A B AR L Tz, — 7 T
a7 A (CHLs) EnF 7 muaxt o (HCHs) RO T CERPBD b,
INHORERIT. SAMERZHAOMER - HHIFHOBENCREMEXOEELRKT LD LEE X
A7z, PBDEs & HBCDs D i FE i FE 12 1980-2000454% (2 2 1 CHAMME 7] 2 7k L. HBCDsIZ DWW T A Ao
Y RO EA AN ORIV T20004ERUBE S A ERIRE LR BSRBO LN, o, 2T
HHE L T 72PCBsid, 20004 R LIBRITEHIREEZ /R L TR Y, &I NIEBIZEE T 2 AT 2 U Db
PmBEE CTholz, Mx T, WFAMEICAERT 2 K HEB L OMBEOPCBsIEE $ 2010 LA & Ll
LV THR L TWe, 61T, BERsOREBME THDH U T AT L RERAl (PFRs) 12X 2 M
JEI5 YL DN N O IR I TR K 41, TCIPPZE OPFRSIZ DWW TITITAE DR FH AR I -,

UL b, B A O RBIRE TR Z W 2R RFIEEM 22 6 . AERERICIH 1T HPCBs D FHFEOMR R 13 & W1k
LTWDZERRBINT, BEOEESECRER X ONMEEOBIAICPCBsII S B mEBLTEY .,
ELICHPFARNMED AT A VIZEBWTIL, PCBsIZ X 2 EmIERNIRE I LD L UL DR FE OB 3t
WTU %, PCBsOHEH M CEREE A M ORI, AEMHIZB I 2ERMOAEREY 27 ORI KT % %
TITIE, MHISOREMR N D EBZ 2 DD, 4% BERBRICBIT HPCBsOERH EBHZEICO>VTIX, B
W72 AR & BBl S M CTH D, ABERICE T 2POPsDEREIEE 1L, DDTs72 ElLegacy POPs D —H I AK
WA A & 5 23, BTHIPOPs T & % PBDEsSCHBCDsIZ DWW T, F b - P & & ITIREE M 133 0 &,
& UTANFEDEIA TITHBCDs DHEFE L~ b D EFRBHWN TN D, Ko T, THHHBMEETPOPsD 7/ 1
— VR B E) - SRR RGO I ONW T, A% bk R E=2 ) v 72 E L, EHTD
VBN DH D, S HICARHFIEIZLY | PFRsORBEAMOIEMEH LN E R o7, & <IT EFLDOTCIPPRH 7
T 3 TREAMO LA NER SN DTIPPPIX. SH%ELARE=F2 Y  7HESLY X7 FM2 KD
Hivd “BERFMET ThoHEBILND,

1. HEBERBERN

e RS2 E 2. 7T —< 1 TIELUTDO 1) BLV2) O HBICHE > T, i a2 HEtE L7,
1) PCBs - POPsO Vi - ¥EEE /0 AT 1L O e NT & EvE - A B = 7 BUBE 4 W 72 IRE SR SRR A

BRI R BREEE =& U o 7 OB 3 L 7o o HTiE o e b - Vs b A2 #FF L. PCBs3s X UPBDESs
FMERO MO E ML 95, £ 72 3 BPOPs & L CHEH STV B SCCPsIZ W T, B0 fRBEOrbitrap
GC-MSIZ L 2 K5 M EE 2 Mt 25, B Lo TiE2 VT, W - I IR E O HER AR IREUE (R =
TEED DM EITV, PCBIGRDRERFIZALD b L RROFAERE HZOW TIN5,

2) MBI 7 BEHRE 0E & JH V72 PCBs «+ POPs D A BE R {5 Y18 ot & Wi R 5 EFlk
AERERIZIIT HPOPsTE Y DIl B T L R RFNELD b L RO Z B L LT, BRRKFEOLEYER
BN 7 (es—BANK) ICEHIRE STV DB A LD (N - B3 - &) OEM & POPsD 4y
Wradhid 5, & ATARBFE CIT B AR FECHEMERE - B L2 FE - SRR 4 o5 Rk &
SHTL, SERE T 07 7 A4 VEFMIHENTT 5 Z & T, POPsIG YD RERFIFAG 21T 5 .

F/o, U ETHELNIZHZERE N D PCBEFHEECPOPs 5405 O MBI B 2 314l - BRFET D & & BT,
SHERMICEMR S L IXBMEH TR WEREZRET 5,

2. AR

B . KB XL OEEM S L7 R = 78k 2 v T, 19504 LA O PCB - POPs D ER 5i &
WICBE T B W RN 2 fif T, FEMT 5, MNZ T, 19704E LR O B A B S8 o E MRS R 2 v
T. BARDOPEE - INE: - SMPEDAERERIZIS T HPCB « POPsTH Y DR ZE R 540 2 B & 2T 5, iF%e ik %
#HE LT, PCB - POPsIZBE T 2 WiSH R BRI E B G R IC OV TG L. EERE IR TT 5,
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3. WFREBERBNAE

P 7T —~ 1 TIIFEFEICHES &, Figs. 1~3. 4RI Fik - WRICK W IFRBE 21T 72,
3.1 EEBIXOEHRAE P OPCBREMAR L URFRERFOME - REBREOBRRE

ARHFFETIX, BREE O Tikximh OMEPCBICE T 2B MEE~= 27 v (F3K) (2011) | VT
AINTWHRFEZSRR L, BB X OEYRE OPCBA BAMER TS K OV ZPBDE R E (K o fifi {5 - iHiE
FRNEORTE, MEEEIT o7z, AN, K (1) -HIRTRILE 7 o —(2 20T, JBEB L OVEmR
B R 121~ 108 2 OPCBR A6 1FE, 1~105 (V. OPBDERMEAR3SHE, S H 7 nEd 7 ==L
% (DBDPE) 7 SRR FEREEBRAI (NBFRs) 4FE % & T MEIR 2 WM L C . INENGRER 217 - 72,
EITARIFZETIX, PCBREEMEEGHTHE LT, 2BV DTNV DT A EEICC Y ISV EfEL, 7v
ST AT ATRBICEBBEET VI T EZMZAEZHROI =T 2y FERHWEY, KFEOBEHICED .,
RO~ =27 VE LR LT, REHERICE T 2 B0 &4 KIRICH N T o RERH O FHE
AREL D, K%, REHKZEME L, PCBsz A7 u~ v/ T 7wy ReEE & oMt (GC-HRMS) o
T EREA T AR e =% Y 2 (EI-SIM) &— K, PBDEs &NBFRs&# H 227 1~ k275 7-
BERRE & HFE (GC-aMS) DA A F U MbFA F L b-BIRA A F=% VY 27 (NCI-SIM) E— NiZ X
DEM - ERELEYY, PCBEAEMIKOFREICHZ> T, GCOF ¥ ET U —75 7 LICHT-8 PCB (BAHAL
AR 60 mX0.25 mm i.d., FEE0.25 pm) &V, PCBEEMEVAWKIZ & 4L 5 & BIEKR ORI & &
BT, A BN L DB R [ EERH ][ EMRE (RA) ]

(2 g dry wt) (1gdry wt)

ATy AEFHELE, '

T
| INEYyH AL —HiE | | FESHAY—R |
IINTREEE DRRGE Tl fmUEYE D (AT 150mL, 8h) FHEFUIAFHY)
»‘}Qj] %itgﬁ _ j] R * E . . | <— Clean-up Spike | <«— Clean-up Spike
WONENEER 2N %, fH ﬁiﬂiﬂj‘b (E@Eéﬁ*ﬁlh) BRI —
6) B > N VIl ‘= — T
IZ BV TPCBs ¥ XX U'PBDEs ?) Al E Sy T E SUBSIL (05 0)
ENHE ST 2 R B R & | (MIRE) 449 GBS UHF I
s = : YTy (339)
g s ey = I BRERIIDFNATL,S FHREBIBTNASL, |
DT, ARBRZE TR L7 2 - 5B FNEFhS btk FNEFHS btk
@%@{i ) {E[J ﬁ%% > g;l@i%:ﬂﬁ % l «— Syringe Spike 1 «— Syringe Spike 7= (0.6 g)
L Sanl - — RE-E& RE-E&
R L7, AREHZ ST, [ PCBS:GC—HRM?(EI—SIM) PCBs : GC-HRMS (EI-SIM) RIERT LSS
DN FRRREHT SN T 5 - PBDEs: GC-gMS (NCI-SIM) PBDESs: GC-qMS (NCI-SIM) B ©0.79)
MR R & AR OREHERIED © (1) -1 FMEBLYDFADT L/ TAIFAT Aty &S
HE U7z A R ke« MGEL 7=, W TR - SRR SR O LEE T e —

3.2 V¥ - WIREE = 7R B ORI & HEEEREMIT. PCB - POPsZEDHIE

AHFZE TIZPCB « POPs DI RANFEA D 72D, FRtO~@ D JEE = 7 3k 4 2018436 K UR20194 £ e L
BALT o I R O 43 B & HERE AR AR « HERS B 55 D FENT 21T - 72,
OBINFBEE = 7 306 - RO RBIFE O R (FHE33° 16”7 40.6”7 N, #REE131° 327 35.2” E) | KiE
70. mOHBFIZBNT, VI T7 4 —a7 77— (NFE10cm) ZHWTERRLZ, &5 72EREE %2 B
PO IemfEilfETAT A AL, B 529 cmi®E £ TOHEREREZLFoIc itz L,
QKRB JEE = 738k« KRB E) M (B&FE34° 357 31.07 N, #&FE135° 167 36.2” E) . /K¥E19. TmD
HAIZEBWT, BARKERT 7 U g7 (NfE10em) ZHWTERER L, SOkl 2 EEns
2emfBIfE CA T A AL, FKENDST0eniE £ TOHERERE 2L oM icfiak Lz,

QFERWIEE = 7308« EEMALHE A ORI (32 227 377 N, #1367 05" 48”7 E) | /K
H94m) | KIEMMDOHRIZB W T T I8 T 4 —a7 77— (N10cm) Z#HWTEHRIIL72, 5672k
REE EEAS e TA T A4 2 L, £E) 530 cniEx TOHREBRB 2 LRSI L,
OQOFRE OEREHL T 5 BIFE L, 8 02 5 BRI M Ao TRKEED T 5 R 70 MK i
Lo TEY, AF 2RV TEBRTEERBEIREYICAMBRIE LR ZEDMOLATNDS, £OD, &
EEWEIC XD IREHRE O LRSI < KB 2 7 REHE AV B O BREEAE) SO E i A G O
WFEICE L 7= FAA Ik ©H 27, @Ok 2 8B L 72 KPR TE ) I i, BT - B T 36 i 1o Bz L
e TH Y | WEIZHPCBE G Te A& EIRYE O BB AR ORI FEAMIZ B3 2 A I3 1T oL T
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W5Y, @ORE AR L ZEEMILS G, 6k DWEREORMEEICBT 2 AN IS N £ S h
THEY ., PAKEERIZI T HPCB « POPs DK RAFEAM I L 72 itk & W2 5,

ETOERE 2 7N, F—HARICB W T2 AR EEEIL, 9 H 1 R%ZPCBs - POPs/ AT HEE b 9
1A % HEREAR AR AT A RUBE & L7, PCBs » POPsZy AT I REHI 04T & T-20°C THRAF L7, HEREAEAUARAT
DOFRBHEL, GeX AR 2R Z VT, B D2Ph, *YPbis L ONCs OIS RE A HIE L. &£ B o5 -
TR OHEREFEAR EHERDEE 2 5 L 72, £/, FW—HBuh s o JRE = 7 3URHE ¢, ERBEm o1 < b
JB DB BB E - BBCRONERE & ik U, SRR O AR SOHERHE E £ Ml E L7,

L3 200~@DEEa 7T RE NS, lanB & /- id2emBS T (ICHERE BB 23 E L, AWFJE TR L
7o E - R E RS BYEIC J 0 BB O RTILEL 21T o 7o, 15 Do R BREUEHZ DU T, PCB42209 B MK %4 GC-
HRMS (EI-SIM) T, PBDEFEEEM:AK (2~10RFE{{K) & NBFRs 4ff %A GC-gMS (NCI-SIM) THIE L7, &
WE OERIT, RO RIZPC T ~L{EPCBs, FZ ~JL{LPBDEs, ""C7 ~/L{kDeBDE%Z ¥ 1 7 — | &
LTz, WEEEEIC XV T o 7o, M LI EM B O FESE . GC-MSHIE S F 5 O FEIIL . ARIFZEIC IR
Dk EREFEONF VIS TN D,

F7-. L3 20 QD BIRFEIEE = 7 3B 2 6 BRITSCCPs I L OV A A x> ik &% (DRCs) &
JE L7, SCCPsIET H > (C10) ~ MU Ty (C13) ICHENER LIALEW T, WD TELE DR K - B
PR SR DIRAM TH D, Lo T, BEH OMESCCPs & IEMEIZIE T 5 72121k, 20~30FE¥E O £ %
AR A2 — T = —alRe /e MR IE & . & R Z HEET 28I (maofifee) RARkooid, REf
RTIEEOMRED 7NV AX v VIENAIGER T A a~ NI T 7- A7V v REI7— U m S HE &y
Mt (GC-Orbitrap/MS, Thremo Fisher scientificfl Q Exactive GC) Z HWT. SCCPsDIEE M| E %
BAZE L7, JEERE (=7) ORTABIT (XA X VHEICREIEERENE~Y =27 V] V% — s
L7=Fikz@EA L7, DRCsIZOWTIE, OF A A2 U £EPCBs (DL-PCBs) D 12R 1R, @EFRILF 1 4
X V%8 (PCDDs/DFs) D3~8¥gFAb EEEBMMARE L OFKEER, @RFEIL A 4 x> % (PBDDs/DFs)
DI~BRFA FEEMIR I L OFRRIK, @F / BH#Eb - RUEFLF A 4 F % (MoBPCDDs/DFs) D
4~8 AL FERMER S L ORBEIR, @Y RFEN - RV EFES A A% % (DiBPCDDs/DFs) @
4~8 a1 AL RIRIE Z R ES G L L-, JEEHDRCsORIEIX., 44 4% VIR D EE AR E
=27 ] PBIN IR TR -RG-UF X R ORY) T a eI R T T DO ER
HHE OELEICHBE LEOIEEA WL, TXTOXA 4 F v UERIEGY O RIEER - [FEEO R
El1E. GC-HRMSDEI-SIME— R T{T o7, £7-. DRCsOHE TIEL, TE BBV L DIbEWEHmH+ 57~
W, Sem4y OHEREE B ORI B 2 S BRA LT, MBI L (1=6) , HIERE R, KDRCsD
FERFEITN 2 T, WHO-TEF (2005) |Z 553 & TEQA & i L 7=, PBDDs/DFs, MoBPCDDs/DFs, DiBPCDDs/DFs® 5
PERIZOWT S, [Al— 1 4 B AT & O PCDD/DF B R D TEF 2 FI W CTEQZE B H L 7=,

3.3 BALEYRABOREE - HREXLPCB - POPsFEDHIE

ABFFE IR b« I F - AAEDAERERITIS 1T HPCBs « POPs D RFNFEA_ D 7= b, I KF DM BRrEE
BN 7 (es—BANK) 1T WT, EHIC O 0 EFAIICERI - (RE SN TWD FTO~DDOHAEAY D
FAE - DR TR & L CBE Lz, £/, 20184E~20194F 1AWkl 0B IR « INEE 21T -
7o TRTOBHAEAYBENL, /087 £ TIZ-20C THEERTE LT,

OB AT R (Peponocephala electra) : B\E: » MEVET OAVERNCEER L, 7 V7 - KM D
NEZEEIET 28HECH D, TFE. ARBFRCOEMEMEAHE I TEY . AR TIZHAD K
PEVR FEIT 19824E ~20 1 64R (TP AfE U 72 A AER D fiF Bk (n = 38) ZAbFodricfitak L7z,

@ A A )J1 (Phocoena phocoena) : ALV-ERFEH; « HkBiE DI FEIRICEE T2 HETH L, AT
L dbTEE B KOV AR - BK IR ID B IC 19854F ~ 20 1 TAE [ JERE « 75 L 7= A AR D5 fak Bl (n = 30)
AL LT,

@A A A (Phocoenoides dalli) : LA ELEILHES « BARWE « AR —Y 7 g « X—VU > ZUFIZILL 5
T DHENEBECTH S, AFIECiE, dLiER L O ZFEIRFIC 19804~ 20194 (2 JEHE - E55 L= A4 A
EAR DI EE (n = 27) Z L adricfal L,

@AF XY (Neophocaena asiaeorientalis) : KT T INEBIZILS 4 L., AARICIZTFEIZSREHEDOLE
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TENHER SN TV D, ABFECITMT NWERFEICE B L. WU NS SR 12 20004F ~ 20 164F (T A -
FA LIe A 2 EROAERGE (n = 57) ZoHricftal L7,

® AL B 1 20124F 20174F, 20194E (CHE P N #E D28 M S CTHRE L 725FE 0 M H [ A A (Mytilus
coruscus) . LTV XA TA (Mytilus galloprovincialis) . X KU A HA (Perna viridis) . 2
o U N A (Xenostrobus securis) . A U H ¥ (Crassostrea nippona) | ZSOWxt& & L
Too ZHCRITBZ IR BRE | AR MR AN EEIR (K2 77— L - BB AL U 7o 1% BEBAEL AR RUEE (n = 46)
AL T LT,

O©FFE : 20084E 5 L UN20194- (2 T, 1R EEME, KOS CEB L7~ 7T ¥ (Trachurus japonicus) %4y
Bratge e Lic (T CTORBITEER, RER, RIRAOEBOBEA L) o S EITEAL NI fEE
L7, WARE (n = 27) Z{LEofricdst Lz,

@ MY (Uilvus migrans) : JSWEZ BB X IROBET, PROBEHETH D, BREOMRINZEHETE
BEMDOT-DICERENT- FED 5 B, 197T4E, 19904F, 20014E~20184E I E N7 B 4 A kD
JEMgEREE (7 = 34) ZALFoATICHEER L7,

PCB « POPs“ D Il TIE L O b @Ol R L 00 A H L @FAEORMEHIBER T 2126t - T, &kt
DHILEE AT o 7=, T72b 5, @l FHHEEZHWTT ' by /n-~FH 8K (1:1) TPCB-
POPsZ i L, & oo fikic, 7V —>7 v 7 A1 7 (¥C-labeled PCBs, p, p” -DDT, PBDEs,
HBCDs) ZImML7-#%., S igisr v~ 777 40— (GPC) EiEMET YV T Nra~ 7577 4 —%H
WTHKRLL 7=, FRIIRIE, U A1 7 (13C-labeled CB-170, pentachloroanisole, BDE-126/-
205, d-labeled HBCDs) Z#sANt%. 43l - Jifs « WA L7c, B 1E ) ICE ) L 72PCBs & PBDEs|E, GC-
aMSDEI-SIME— KT, 0CPs (CHLs. DDTs, HCHs) X H A7 u~ k7 T 7-% o F AN EAE & 50
(GC-MS/MS) DL B EE=4Y 27 (MRM) E— R TEM - E& L7, F2H 55 ¥ H L 72HBCDs D E 1 -
EREIL, W7 v~ 7T 7 -2 7 AMEMAE &5 (LC-MS/MS) OMRME— RCHEME L7z, @ b
EUZ DWW T, ABFECRRE L7 i « s Rt - TROBHZ ATLEE U7, 45 O AL 7o i H RS B0k}
{22 T, PCBA2209 B 11K A2 GC-HRMS OET-SIME — K¢, PBDELEZ BIEK (2~10R (LK) & NBFRs 4F&
ZGC-gMSONCI-SIME— FCEM - E& L7, HEWEOEEIL, R OMAH#KIZ13CT ~L{kPCBs, FZ
~ULALPBDEs, 13C7 ~L{kDeBDEZ Hu #— k& LT, WEEEEICE V{77257,

IHIT, AWFETIE, EERBRERFONZYWE L L THSMBALEZED TNDL Y VBT AT VR
HRAI (PFRs) 122\ T, AR 2 x5 & LIDEEORE AT o712, MY Sh-Fikx Eito®Fk
L@ AN FEREOWE @A U, W5 NI 1T D PPRsTEY: DR ZE M 0 A O R & MGE L7,
FOMBREHIER T L%, Yr7ra XX /~%4 0 (101) CTESEME L7z, OBz
7 V=27 v ALY (d-labeled PFRs) Z#WSIL, KFRXFAL CHE - IRBLERYE U=t B AEARH
717 2 (ENVI-Carb-1I1/PSA) % FIWNTAHER /3 & b5 Uiz, RS RUVATR & IRAE - WL - IRBEERYE L Cheié
Wik & L. LC-MS/MS (MRME— F) TilliE L. PFRs 12{k&4 (TEP. TCEP, TPP, TCIPP, TDCIPP. TPHP,
TNBP. TBOEP, TPEP, TMPP. EHDPP, IPPP) % &M - & L 7=,

3.4 PCBs * POPsORFRF| b L v K /AR EELEOMIT L RIEFH I KO - it

AT, JEE 2 7 BB O HERE AR - HERE 38 L OPCBs » POPsOIERE RICES &, BR% N L
v RN AER G OHEEIT -T2, & <ITPCBsIZ DWW TIiE, PCBRIAI o {43 B MR LDL-PCBs (12
BNMER) | T OMIEE KA AR F AR SRR S D BEEVICER L, ZhENORERS] L L
¥ R ORI OW TN - B L 7=, £7-. £ HPCBREIE « BUEAEMOBEEMRBEIZSOWT, AT <
FHBE AT 3 L OV ER 0T (PCA) (2 K BT 21T\, KB HPCBEIE - BAEERDO B AR T HIZONWTHE
BT, &5, FEEa 7B SR SN7-PCBsDRIK « BMEEERKC N %27 o—1 (KC) S|
DOPCBIAIE « BAMERMLR'Y & s - T L, 7 7 A X =i L 0 | £ Mk oo B HEFRE RIS L D PCBYE
FEPFDOHERBIZOWTELE L, AT, AR CIHEE =2 7R NI 2 BN E L OESN O BEF D5
FHNZOWT HIlEIL < A L, PCB « POPs{E Y DR RHNEAL 2R EMIICE R LT,

Fo, FRFAEDOEMREREOBERSRICE S Bl D AEARERICE T HPCBs - POPs
DERERF| b L REfENT - §8li L7z, £ Ol - FlIC W T, BB L OBEIC W T, 20
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AR BeBECMERNC N T DI E A B O BB LB 5720, 2 TORBITA A DOREMERICHE — L Tk
IIMT A EHE LT, BUEONE R B X OB O IFIEHPOPs#E FE O R S A BhfigHT 121X, ERUFET VX% i
ALE?, Fbb, F AR L 7-POPsIR B # B AL, KRR L ORI/ R BUE 2 N A% & L
A AT OFE RIS T, POPsIRFE ORRAE R 2 BEUE 7 % 5 L 7=, F72. POPsDAEWEFEOMEZE
BB 72340 « BERS b L RIZHOW T, FbEY OB b F R E 0 B A £ M FE O e ) 70 2R %2 55
LT, REMIZES - BH LT,

B %I B TR D AL7ZPCBs « POPsDIE T — # RMEHNTHRE R FIZHOWT, 7T —~< M OEHILE & i
WIRNG SHEBREICES - UV 2730~ & TERFNWE ] OHH<°PCB « POPs o B 5 A 47 112 B
T 5 ENB L OEBR RS T E I oW TSI - BEEL -,

4. BMREUVEBE
4.1 EEBIOCEHREEB T OPCBEEMAERL L UORBRERF OME - RFBERIE O

JEE RS KX OV L R 2 O 72 RN EIGRBR O f5 F:. PCBs D 1~ 103 F b4 T D BERIZ DO
T, TNEN81~122%F L TI0~120% DENLHEZ1F72, F 72, PBDESIZ OV TIE, 1 ~2RF(LIKZ R
< 3~10RFE D BMARIZ DV T | JERE B O IRINENGGLER T80~120% , A FUEL O IR AN ENGER Tl
70~100% DAL R 2157, S SICHEBEMZEY THW S 7z B EE R O M o f5F ., fiifE - Bl
FE 85 T HAU72PCBs - PBDEs O I E M X 1E & A & D BEMERIZ OV T i B i B o 8 A il o #iPH N (OF
PIE+£20) 125 o7, MAREEREENSHT O RICEBWNT S, fE - Vg0 84 15 5 4172 PCBs « PBDEs
OREMIL, WEREOFRHERLE L —H L, £/, EEBLCHEAREIOZ n~< h7 7 ATOWNTHEER
WL - R R TR Lz L 2 A, i - R RIE CAOBE U723k CIIARMEMEIZ X D 55w
BE—7 ~OTFTHRLR BRHIRLEONZ ERRO LN, AT, AEE - BB REIE, 16k
BT T RN 2 a1 /31 M L, I &% /5L FICHI CTE =, Lo T, UTOKEH
a7 kS b EOFIEEE T O PCBs « POPs D43 HTIZ & 72 o TUTARME - RS RE 2w L7,

4.2 EEa7#B % A VIZPCB « POPsZEDEERS b L v K & RAERDRENT

BURFIE « KIS - BEEMOKE 2 7 30k 2 O 72 HERE - HREE o R 42 & (1) -LTmRT,
HEFEFEAR D RN OFEF, BIRFE - KIS - BEWOIKRE = 73R kL, 2219524 ~20114F - 19414
~2019%4E « 192THFE~2019F DOHERBEMRITH Y T2 Z LRSI N, BN OFEEN 72PCBRLA| D 1% 131954
LB TH D, > T, LLOERE 27 B OHERENRIL, PCBRAORERR A O ZDEE - fEHO
ik, ARFRIEIC X DR LR E ., PCBRFHEE 72 & O AE O KRB A& T g X WAERZ I S— L TEBY |
PCBs D ER BT A AT ICHE L7-3kBt Th 2 2 LB S iz, FEE a2 7Rl 2 ki35 &, KRB OIE
BITHFECEREM L 0 b HERRE N, MEEENEWERIICSH 572, —J7, PPbR Cs O JIERE
Enn, BEM L KRS ORECIx, BEAYWEOTEENIC L 2HBE O AR RB ST,

JEE 2 7 REHT 3B 1 DPCBE IR ST ORGSR, & TORIKN SPCBs A S iz, BIRFE. KL,
EEMOFEHZE T 2HPCBsIEE X, N F 1l CT150 ng/g, 160 ng/g. 48 ng/g dry wt TH o7 (Lh
TIEEREI P OREE IS Tdry wt240) o ¥ (1) -20&EE 2 7 B O HERMEA LS < PCBIEEE 5 L O
7T w7 ADRERYI N LY RERT, BIFBOKRE 2 7 3B ORPCBsIRE R L O (1Rl o —# Btk ik
ZER<) FERTOEEREERBE X, 1970FEEOREE T —2 - Liz, TO%, 19804 RHIEHIC
SRR EE 2320 ng/glh F &R0 | UBESHICHAMER 2R LT, 29 LEZBINEIZE TS Ly Rid,
[E N OPCBELAI D A pE « i FIRFH (19544 ~19724F) CRERE 7 L% K D PCBsHEH#ERT & L < —8 L T
W% 19704 DLRE Ok foe 1 72 2 BE I 1, (L3R IES5E I X 5 PCBRLAI o0 A= « (i 2K 11 7 & &Rl TR D0 T
ERBML TS EBEx NS, £, KRB OEE = 7 3B Cl, 1958FEH O HEFE g THPCBsIE B 53 i
B EZ R LT-, KRBT HEERY] b L2 Fid, PCBRIAID A4 pE - i FI#CEF L — 4 523, HEHHE
FFOHERY LR D LR WHEREBICE - RNRO LN, TOHEKE LT, KREIZEIT HPCBsD
BB A MU K 0 RS HEAT L2 WTREME O IE A, B HERAE AR O IRAT R HEREE 0 2 < FLIT
L 2MEOREBENAE U mTREMEY, RN EZOND, £, ABFETH LN IR ZBEHR O KK
BIE)Ih ORI F 1T HPCBs DR RIIAFFEY L g+ 25 &, WEDO FL Yy FIFE< —H LT\, Iz
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T, KRV TIX19964EE D HEFE B TPCBSIBE O F RN b=, BIRD X 512 2 OHEfEE TIIPCBsD

I« BAEAHR S RE SZMLTRY, Ref - EAEK (19954F) 1Tk 2 BN HER ST,

EEWORE =2 730k Tl 19704ER1% O HEFEJE CHRPCBsIBE N M a4 ~ Liz, 7272 L, EBEMIC
BT HPCBsIEE DAL B 1, BURFE L0 AR T, 19804 LIRS & Hu i A I BE A3 i W IR FE THERS L
7o EEMIIAEOHKH CHY . Z2odbiBicid, KREB 2T LEMBIIFE LR, Ko T,
BEIALEB~DOPCBs AW 1L, EIFHID SEE SN b O & TR EFRBRKO L OMNERLE 2o
TWbHEEZEZHILD, HRIRT HPCBsOFIME « BIEABMHKTH, 1T A LOHME T “Bb L7 Mk
Z—UnHbivlc, MA T, BEMOKE 2730 Clk, #EEONSELDRBRINTNDEZ 6,
NER M EIRAIC X DR, RESHKOE —bER LW aEELEx NS, —F, BERIX
RETH B, 20104F-1 1FEDOHEFEE CTPCBsIRE O EARNRO Sz,

X 5 ZPCBs D BRIEA T & FEMICIREET 2 72D . ABFSE I B HEAE g o #z B 8 36 13 OVHE R 8 |2 0
SWT, PCBsOHEFEZ 7 » 7 A (ng/em?/y) Z#HM LA (K (1) -2+ 4) . PCBsD 7 T v 7 ATiX, K
PRV 23 BT IS CEE B L 0 BfE ~ 1015 2L L WMEZ R L7z, T72b b JKE ~DOPCBsA M &L, K& -
TN EFICH D KB TEWZ ERHALMNE T2, £, PCBsD 7 T v 7 AIZ-DWT19904F LA
B L RICERT D&, FEEMICRBIT22010-114FE0 —i R LR 2R E) 2 ToOH A T2000448
~ 20104 2 TR I 23 fesE S vz (K (1) -3) o ABFRICE T 2L EofERI%. PCBRHELEZ2
CIEDORRIZ L HPCBsOBRBEAMOKBIREZTRT LD LEEZLND,

#£ (1) -1 BFFE - BEW - KB OEE o2 7R RBHI BT 2 HEREFR - HEREEE & Bk
Ak a7k HERRAAX HEFE R L Koo e W B TOC
(cm) (year) (cm/year) (%) (g/cm3) (% dry)
ORI 0-29 1952-2011 0.48 81.1 0.20 2.6
(0.31-0.59)  (73.1-88.9)  (0.12-0.37) (1.7-2.9)
QKB 0-70 1941-2019 0.97 60.2 0.51 1.6
0.67-1.51)  (51.6-75.00  (0.30-0.65) (1.0-1.9)
QFEEM 0-30 1927-2019 0.37 79.0 0.24 3.6
(0.23-0.67)  (65.1-94.8)  (0.05-0.43) (1.6-4.8)
180 - 100 -
Osaka Bay Osaka Bay
160 90 H
n
"n
140 1 80 1 B
i
70 4
@ 120 _ :' '.l
g T 60 1' ||
£ 100 £ I
£ 804 x P
] 3 40 ' \
5 - P
O 60 q w0 | ' '\
1 \
40 J \\
20 A f “
I, ll‘ AN ',\\
20 A Lake Biwa w04 Lt ; VoS N
\ Beppu Ba T~
o I "'--\.-J.p,p Y ~_Lake Biwa
RIIC I JC I A iy KRG S SICAIR S e
B (1) -2 JEEHEREMRICHE S HRPCBsIEE L 75 v 7 ZADMEZRY| ML v R
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20 - 4
= ,~"*\. Osaka Bay 3 | 2 .
KaEECE B ~ /1 Lake Biwa
\ \
g S N I, '
~ S 2
oy 10 Yo [
< | Tmeeaao__ [ ]
- e -. "'\-‘ ! \
; 1 DN PR ! |\
z ° e USRI
Beppu Bay S~ S~
0 0 T T
\\} N Q Q o N O O
& - & S P P P

K (1) -3 JEEHEFEFR19904FELLRE DFRPCBs 7 7 v 7 ADWERF N L K

EHZ, RFAETIEAARB L OMHRASHOWERE 27 2 AW EflZ L2 — L, BIFE - K
BRI D JEE THUH S ALT2PCBSIRIERS 7 T v 7 AT OFE R &tk LTz, £ OfER, ARHFZEDBIFFIE LK
BRI DPCBsIRFERC 7 T 7 A%, BEH O KPRIES DOt S 19 0 7 — & L AR E 00K < | s
RAEWHBY L0 bEWEBN A SN, 2. TEOT VT IR O OPCBEESCHE Y 7 v 7 A Ll
W9 D LAFIFERBE T, WY TSmO PR OMEE L LD L E o7z, 5T, PCBs
RESHERE 7 7 v 7 ZAORRI MLy ROV — 7 FRICTONTHE T 5 & ARAFSE O BIFE L KBRS O
FLy Rix, ERNOFREDE - KIREOREEN S EEP LRI - 7-, — ., ARBVSH S
WD OIPEIETIE, BEL-SVIEWNH OO, TFEICBIT 2RE EFMEm NS, o ENRFEO
RSN L R E X B DEABRD bz, HE?22 7 0 Y. 2400 07 VT #EETY
20004F LA IZPCBSIRER 7 7 v 7 AD LR EZWE L TV L EFANRH L, TFE, TEELT VT EET
X, BT - BXEBREEY (e-waste) O U ¥ 7 VAFRIEEIEIC LV, PCBsX0 R 3 R MEAH o B 55 A fif
BRI TV D, S0 DR TOMIES TH, e-wasteD WLERTEE) 23 K FHPCBsI £ EF-0—[A
CHERINTWD, BT T #END OWEREOFEL B 2T 2ENOWERTEH . EIH K DOPCBs
DRSNS T OBREAWNO EFICHET %L H 5, BIED L A B H AR O - -
WA BT 2R HEFNLIERE IC D72 < 2 DUHKIZ 1T 5 PCBs D & MR BRI 5 0 8282 L CREM
WA 5 2 LI LV, HREOMREE T4 R Ok 2R A SLPCBs DR AV A 5 I 5 S 6 HF
TNEEND,

PCBsD[AIEARFRICE B T2 &£, 2 TCOREaT7HEHZB W T, 3~6EFBLFKRIKOEIE N EALRTH
ST Elo. FEEMAKL LTIX, CB-28, 31, 52, 66, 101, 118, 149/139, 153, 138, 180%&DE|A& M
EhoTr, TR RMEDIZEALIZ., IR 7o — L WH GO FERMETHL Z Lhb, EERICHE
ETBHPCBsD % < X, O CHIA SNIZPCBRIFNICH KT E b0 EEZ NS, £/, PCBRIAIF D
TSR (7TIN-PCBs: CB-28,-52,-101,-118, 138, -153, —-180) &DL-PCBs (128ME{K) 1T, £ THEE =
TRBHZ B W T, #PCBs L IFIZREBEDH ARSI N L v RER LTZ, AT, AT < BT RPCAIZ B
VN T4 TIN-PCBs & DL-PCBs DR FEIXIEF @ WHBI 2 R LTz, 2B OFERN S | RIFFETxHG & LIZE
B ODL-PCBs D EFR A JRIL, PCBIIAITH 5 2 & M HEER S hiz,

— 0. FD OENTIZE W TTIN-PCBs & OARBAMENMK < | Bie B IR EZ{L 2 /R PCBEMER L EER O
bz, TNHD D H & TR REMEER CROBEY — 2 &¢e) 1%, CB-11, CB-47/48/71, CB-51Tdh
o7z, K (1) ~4Z ERLORMEEOREORERYI ML RE2Rd, CB-11 (3,3 -DiCB) 1TrH:., AHME
FRBEEO RS CIHBERMAERT H 2 LA ERM I TR Y #HOKRK F AL O kK% )
Hb B EEECHRIE S TWSY, —F, CB-47 (2,2 ,4,4" -TetraCB) <°CB-51 (2,2 ,4,6 -
TetraCB) |&, EICHI R I E T CHAEMIC L 2 S FERMEEROBIEFLIC LV ART 2 Z EBfEM S
TW5H®, £/, Herkert et al. (X, BN KEKH THEIEE K Sh 5445 16CBs (CB-47, -51, —68)
M. 2,4-dichlorobenzoyl peroxidex# 8D f = o —% — L L THWAEELA AR Y ~—8L L2 H K
THAREMEEZREM L 0D, FEOKRK « HENS S 2 b4 FELCBs 2 F R E TR S iz E 52 3
HENTWDY, UbEoZ nn, il o4 bCBsid, E5 o IEE KI5 A J7 ot 0 BAEE ) B D i
HHEABE L @AM RER T 2RO EXOND, TOM, KEN D OBRHBEE XKW CB-T8
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FUCB-209 %, | FHBIMENTIC 31T 5 TIN-PCBs & D B#E MK < | FEBE M B AR O F 5 AHER I 5152,
AARDOHELE - B OKEIZBNT, 2L EMEKORRS MLy REHS N LEFEFIIAMFEA D T
Thod, OB ERICHK T HPCBsOREAMITAH M T DI ENBIXLNDL T b,
ZDOFAEFOHYE L REAN « U X7 FHIIRD S O 5FA - FER RO EN D,

CETIRIIN “) OsakaBay

Osaka Ba

20 | v 01 Beppu Bay 10 Lake Biwa
= Lake Biwa
> 4.0 4
[-14] 08 4
=
c 15 4
2
E 3.0 4 0.6 4
‘é 1.0 4 /
g 2.0 4 0.4 4
o
o

0s 1 Beppu Bay Lake Biwa .o |

-

00 —_—m— 0.0 T 7T 77— 00

AN) O
S O ) \ o
S

I

N o o N N N S o
2> CIO SOBEN S »
N SN SN ) ,& & e“e PN

K (1) -4 JEEHBEEMRICH S CB-11, CB-47/48/71, CB-51DEEDERS| N L v K

Q i) S N N L $
o g 5 5 S\ S % N
$ 5SS

o2, EEHa 7B ORE - BYEEERICER T2 & BIEEE TH DL - KRB OE
kamﬁfgfkéﬁ WMORETIZ, 7T a7 7 A VBRI TWDZERNRALNE ST, T2
DH, EBEWOREBI T, BFE - KRB OFBHI A, XTI RO E W - 5 - 63 B LR
ﬁx c BMEERORIEGRELS . 7T AL = ORENG, BRI TIL L OHERBE N O RMEAKE L & KCRUA

IxPT AU ENMRVER AR S (K (1) -5) . ZhbOfERIE, EBEWALH ~DPCBs AR

5\ HFH O REBRE SN2 b O TR E TR AERB RO ONFERE > TNDH I L AR
B oEEIOND, —FH. INE - RIREOEE =27 306 CiE, HERFERIC K D PCBEIE - EAMEAHE
DOEALNRE L, SEFREITTEFECFERR « BIEERS FERBERR S &R T, 7T A% —43
BrofE g, B TIZ19604E R~ 7084, KBTS TIX 19504~ 60451 0 B (A KL sk ASKCRIAI D LR 12
TNz EREhiz (K (1) -5)

Similarity Beppu Bay Similarity Osaka Bay Lake Blwa

- - -26.62 15.59 57.79 100.00 Similarity
125.24 50.16 24.92 100.00 11677 a4y Y e 10000
Sed-1952 | Sed-1941
Before PCB production [ Sed-1954 Before PCB production | Sed-1944 Sed-1930
U Sed-1937
Sed-1957 - Sed-1947 Sed-2010
Sed-1961 Sed-1950 Sed-1944
KC-500 . + Sed-1952 Sed-2005
4‘__:, KC-600 PCB production | g4 1955 Sed-2007
Sed-1964 - Sed-1958 geg 2811
ed-1951
PCB production Sed-1975 r Sed-1962 Sed-1958
period + 10 years Sed-1979 KC-Mix Sed-1990
Sed-1967 - Sed-1966 Sed-1998
Sed-1973 . Sed-1972 Sed-2017
Sed-1970 | Sed-2002 Sed-2019
KC-Mix . Sed-2007 Sed-1958
| KC-400 r Sed-2013 ge: 1222
e
| KC-300 After PCB ban | Sed-1978 Sed-1974
Sed-1984 - Sed-1984 Sed-1981
Sed-2008 - Sed-1990 Sed-2013
Sed-1995 Sed-2019 Sed-2014
Sed-2000 . KC-300 Sed-2016
Sed-2004 ] keaoo - KC:500
Sed-1996 Kc-600
> 10 years after Sed-2011 T + KC-Mix
pee ban | sed-1067 e [ wcaw
Sed-1991 . KC-500 KC-300

(1) -5 JEE = 7 &0ek i O EZPCBIARMEAR (B05RMEMR) HLAK & A KCHRA s & OV O SEHHRL (KC-mix)
WZEADL 7 T RZ = DfE R
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PLEDOFER S BINFE « KIRE O iR TlE, £ ZOPCBsIRE O v — 7 FERIZB VT, KCRFA
R D EHH72PCBsIR A DB AR T T\ B Z b D, MA T, KIRE T, 19969-tH D HEFH
JE 23\ Te~8H R b D mE R FE - BIEEOB MR v, 7 7 A X — 438 TIXPCBHRLAI DKC-600
ORBRIHLLT 2 Z EBNRB I N, Z OHEREOFEN (1996 £H14E) 13, Bifd - KRB K O R %
Gz b, EREO XD RBE EFCHBROEIT, EBRICEET 5PCBsAM O EH. & < IZKC-600
BT 2R AR O DRELRBETHHDEEZIBND,

51T, JEE = 7 AR OPBDEs OJIIE OfE S, KRB CTIX19724 LA, RIS TIL1984F LUK, EE
W CIL19904F LARE D HEFEJE 7> DPBDEs M H S 7z, B TOSHTREHIIS W T, il S/ 72PBDEsDIF &
A ETX10R FE(LBDE (BDE-209) To -7 (RPBDEJRRE D90%LL 1) . 7 7 BDERL A (DeBDE#LA) & ¢ePBDEs
DOAKEHI 72 FNAERE « FIAIZ1980FERIC A > T B TH D W BIFFE « FEEEWICI 1T % PBDEs O HiFE
HZEND E—FT 5, —FH., KRB TERLLEWHEE O bR ST Y., EROPCBs DT T
WA= L DI, REREBIZI T 5 IR EHERE R O R EZCHERTE O 2> < ELIC K 2 98 O $h B R B 23 H#E 42
b, BIFE. KRB, BEMORENIR T 2 HPBDEsIEE X, £ E N E T33 ng/g. 33 ng/g. 9.9
ng/g dry wt Th o7z, K (1) -6ICFHIEE 27 R B OHERERICEDSPBIESIRERLS LT T v 7 Z DI
FE L RERT, BB X OKRIRE OEE 2 73 B OPBIESIRERS LV T 7 v 7 XX, L2
199541 X ONM9964EEH O HEFEJE T — 7 Z/Rn Lz, T OB E LIS BE -7 T v 7 AT L,
20004 LARE DR FEIIBIT VN 7 7 » 7 AUXEBEA 28 LTV 5 [E N DOPBDEs D FF EHEFHI L 5 & 1990
IVENRBEEO LY —7 THHY, > T, ZNHIEE 2 7 55 5 7-PBDEsDOREREN R L v Rid,
BRENEEEOLLE KR 5
WEHELWZ 5, £72, Xue et al.®!
1%, DeBDERLK| o 4 - ) I B4
HTF U T AT —FFTAND,
EWNA Ny 7 O RKEIF19954F &
HZLEREL TR, AR5
BT D ERofERE KT 5,
—J7. BBEWOKE = 7 e o
PBDEsiEERB L N7 7 v 7 X3 ¥
— 7 AR 200048 1% 2 22 52010 s
R ORI A DL, 2K ol
RELHRERNTh - 1-, HEEW A
(LHBT D ZDLS IR b (1) -6 JEEHERAFEFIT IS < PBDEsOIRE B L TT T v 7 A
RiZ. PCBs & [AIERIZ & O & R B DIEZH| N LY R
REEKMRTLIEREZZON
%

F7-. K 2 7B ONBFRs O E O #E B, DBDPEZS KFRiE 0D 19784ELLKE . BINFIE D 19914E LI, £
LI 20054 LLFE O HEFEJE 2> & B S vz, DBDPED ARHE K 72 [E N A BE - FIIFIZ 19904 (RIZ A > T D T
HOY B - EEBICR T 2RI E —59 5, BIUFE. KBS, BEEMORENC 1T 5 DBDPER
FEIX., ZZF i 0. 85 ng/g. 2.3 ng/g. 1.6 ng/g dry wt ThH o> 7z, (1) -TIZHKEE 2735k
HEREFEMICB T DDBPERERS LN T 7 v 7 ADKHRS| b L2 K& 7, PBDEsIZ -, DBDPED i ¥ 1
/I0BRETHLIN, £ETOERETHEHIBWTERE (F7EFEREMAI) CREREZRTIEND,
St b T DOBREAR Ik T 5 L HEZLS NS, DBDPEIL. DeBDED EEEM & LTHWS L, FEE
FIX201042127000 b 1T L, BAKE$6000 h Al THEE L TV 5,

ARBFFED BT « KIEIZ 31T 2 PBDEs D HIGE « FEHT#E R 2 W E = 7 30k &2 W 72 BN o AT 5t
T DL WRBORE - 77 v 7 A (BDE209D i Hifilf T85 ng/g, 58 ng/em’-y) ¥ X 0 (KU ME A
WZH T3 RERY R Lo B (1990FERPEOHERE T —27) ICHA L TUTFIE - L2l Th - 7=,
— . B FMEOINPEET T, RELVIERWS OO, TFEICBITHEE ERARA LN, RIS

40 - 21

w
&

w
S

~
G

N
S}

Osaka Bay Osaka Bay

Flux (ng/cm2-y)

Concentration (ng/g)
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o
N
IS}

HFIRE DR RS b Lo B EId R )

BEAAROEATND, o7 | Dests By Osale Bay
CVTHEORERE LRSS A
L E < BRILIE OO -~ e s A
T, KR RS A 5 § N
% 5 JEEE H PBDE s 2 i <2 3T 4E 0 HE g“ gm iw -
REIcBIomE,/ 77y 20§, - 2 /
AR STV S, DBDPE © N / Lake Biwa
(EDWN TR, HEE O = 7 BUR 1 Lake Biwa ] /, Beppu Bay :\/’"‘\
BT AR FEOME o LS

DHEFD L2 DN, AKFRELY b RSN S S $° e“’& @‘”s @"‘; s w&s
iR DD O IR E A & R

LTWAHHMEBNH 5, PBDEsK B (1) -7 JEEHERERICIESSDBPEDEE B LN T T v s
NBFRs DEEZH| h L > K & F D% ADRERF| N L K

AFROHEBICEAL TH, FHAND

DB L DR BTN & & O 7= 5 % ORI A - IR EEND,

HERAE S 0N BRIFICRFE STV B BIRFE O B = 73 BHZ DU T, SCCPsE KX UDRCs DHIE %17 - 7=,
SCCPsIZBY L Clid, FallCME St o i bt 2 MAE L 7= @ 0 R BEOrbitrap GC-MS% T, 5~10#FE Ak
DOYFEALT H > (CP-C10) - w5 H > (CP-C11) « KF A (CP-C12) « FVUF Ay (CP-C13) %l
FELTm, ZORE. 2 CTORKTSCCPsITRE Sheho7= (F72bb ., B FIRMELLF., CP-C10: <1.4
ng/g, CP-Cl11: <5.2 ng/g, CP-C12: <1.2 ng/g, CP-C13: <2.1 ng/g) ., L7=8-> T, BUFFIEOEE &
SCCPSIZ DWW TCIEIRSI N L ROMNT 21T 9 Z L IX TE R o 72, DRCsORPEDOHE R Tid, & TOHER
J& (n=6) 7»5PCDDs/DFs, DL-PCBs, PBDDs/DFs73 ity S #17=, —7J7. MoPCDDs/DFs¥s X UNDiBPCDDs/DFs i
ETORKTHRETRIELUL T THo7=, K (1) -8IZBIFEEEHENTF ) % PCDDs/DFs, DL-PCBs,
PBDDs/DFsii £ DBF RS kL > K% 789, PCDDs/DFsis L ONDL-PCBs DI 1%, N fk i CT6900 pe/g
F L T4000 pg/gTH Y, & HIT1961-1970F DHEREE T — 7 /R L7z, —7J7. PBDDs/DFsid, PCDDs/DFs
ODL-PCBs & 1T R &E S BAp o722 L R&E/R L, PBDDsD i B (64 pg/g) 1X1950-594, PBDFs
DOEEE (35 pg/g) 151993-20024E DHEREE TH HTZ, TEQHAE TH -G, 1961-19704F O HEFE /&
TE—27 %L, PCDDs/DFsDH G EDFERITE N TH B TH > 72, TEQIZ 19704 LU O HEF
T IMICH 0, FE (2004-20114F) TIIE— 7 B O 0 E £ CEB L7, & < IZDL-PCBsD
TEQIZ B — 7 B 2. 0 pg-TEQ/g/>50. 29 pg-TEQ/g £ T L TH Y | ITHEDOPCBHHI - JLHE RO %
KT HREREEZ BT,

PCDDs/DFs D [Al % « BAEAMKICE B T 5 &, & TOFRMRITIB VT8 FELPCDDFEIfEMA (0CDD) 23 FEk
FCTH Y, &<IT1961-1970FE DO HEFSIE T, REZ - MBI & L bmEEA~ L7 (K (1) -9) ., 0CDDDFE
AJRE LT, BRBERIELSMT, W\ EICBREACEEA. AMPIEME LTCEZHAINTRXr ¥ 7nn 7 x
J = (PCP) WHIF B 5, PCPOAERE - i FIRFHIL, 1955FEN D I9TMEEHE TTH Y . REFFED
BB EE 27 EHCB T o ¥ — 7 e —BT 5, £72, 0CDDLASF Tl 4352 {L.PCDDIA % & (TeCDDs)
b A IR TR S U7, TeCDDsDIEFED B — 7 %, 1973-19824FE D HEFEJB 28 ¥ | it & AU 7=TeCDD
FMRDIEE A E1E1368-TeCDD (520 pg/g) L TM1379-TeCDD (200 pg/g) ToH-7- (2378-TCDDIZO0. 4
peg/g) o 1368—/1379-TeCDDEMEMIL, KHREAIE LTHWONZZ vb= a7 x> (CNP) DFEIERK
ME L TMmHNTWDEY, CNPOAEPE « fHFFHIEL, 19654EE N H19944EEH E TTH Y, JIKE 2 7R EHS
BIHRMLY RE—ET D, —FH., BREEEFRH KD H G 2K Z VWPCDFs DA~6 i FE LRk - BIEED & |
1973-19824F O HEFEJE TR E 23 5 < 72 DM N 2 B AVIZ A, PCP - CNPIZHIR T 5 & B 2 Hiv 5 [RlfE - %k
RO, DRVIRETH 72, 1E-> T, BB OEE =27 1 DPCDDs/DFsiX, PCP « CNP72 & D1k,
FIFNIN ERFEPRTH Y . BREEFEERO S OIMESIc b tEZ NS, BB T 28U E
DML, BB OREW |, EEWD OKEICE T DM O R Es E —%T 5,
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F 7=, PBDDs/DFsOFKICEH T2 &, B SH7ZPBDDsIEZ DIF & A ER3EFALFEIR (TrBDDs) T
&Y . PCBsX°PCP/CNP72 & DAL G YN BATEAL 3 5 LLRi O HeFEE (1950-19594F) TRENE -7, K
FIBIZB T HETMETSH, JREFOTrBDDsiT LHELURTO dWHEREE 2> St S 4, EICHARERHB
KTHDHZENERHEINTND, PBDFsIZEE L Tl 19804 LA D HERL 8 T 0 A d t &4, 1993-2002
HEOHRE CTRbEEETH -7 (35 pg/g) » DX I RIERFI L2 R, BIFFEIZH T HPBDEsD
RIS & LTWD, £/, B &SN EE2PBOFREIK « BIERIIS~TRFBLEKTH -T2, ZHD
PBDF[AI % « BAMEAR X, BDERLKIH o B 4E A °PBDEs % & T #EA I IR R 2 & L S CH Y | PBDEsAY
JEE HFPBDFsD EHH L TH D LB X LD, BINFBIZE T 5L Eodnid, B oLTmiaics s

DRER - BRE KT DY, UbDZ b, MBI A A VHERBI A ATV UHETIE, £
DOFRFRII ML RROEERAFRNDRKELS B2 08b0s, BEFHEEL, WMHEZNLZNORAER -
FREDIE WA IR L7z 9 2 T, BREAMO THSCARBXIR 2 Rt T 2 08N H 5.
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X (1) -9 RSO EEHERBENIZIE S < PCDDs/DFs[Rl EER S Z — o DZE{L,

4.3 B EBXOMEEAEBRIIT APCB - POPsZDEERY] N L v RENT

B B ARERICIS 1T 2 PCBs « POPsDRERFIFHAT O 7230 S &M O b & (TPIBGEEL) 2 %t4 & LT, PCBs
35 L U'PBDEs « NBFRs & Jll i€ L7z, b EATHBGEEED 2347 D 2R ?AT@@%#%mmkiommww%ﬂ
Eie, — EWED R SHUTWIZDBDPEIL, b EOAFIERUE 2 & 13 i ST, £ DB
R Z &R S L7z, b EATIETT OPCBs T 19T TR D ik The b I EE 23 < (65000 ng/g lipid Wt) .
19TTAE D B 19904E I 2T THEITIREE DN A L, 19904 LU DMK TIZ19TTHEDRED1/10LL F Th -
7= (K (1) -10)  (BAF, SEATHE - 5 AP o IT 2 Tlipid wt4 V) , - T, fLFEFIZX
LHPCBsDHE - EHOREOH., B EOBAEEMIZI T HPCBsDOIRE - THb. NRVIRBLZZ &n
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Pind, —H T, 1990FELAE O TIX, b ERFIET OPCBsIRE I A BRI Z RS o7, |
¢®;9 ZPCBs D HE H B HEFH P = 7 3B DT 7> 5 PCBs D B B AfT X TR BE B I H 5 L E 25
NDMN, PEDX ) RRBEEESKROFAEEY TIE, TORNERBOLLIZ., BEAMOLESH LY L2
RUEBRLTHLOND EHEESND, PCBsEIEIR T & ORELLICER T 5 &, KSR - RS
KT WEEE O FREA (Di-TrCBs) OIKIBE A NEEE TH D DIk L, EMEEESCE-EEO &0 E
HWRACERARIL, 20004E LI & A B R BB L2 R S 720 2 & A HERS S iz, PBDEsIE, 19774 DO RKIK T
ROEBEMEL . 2004FEDORIK TRERE (710 ng/g) D8O L v, PBDEsIEE ORERIIE ICEH T
% e 19TTHFEN B 1990 T CIRE O ERMHM A A DALz, 1990 LIREIX. MIRIC K > TREIZIES
DL HLOO, FHEMRB CHERBEZIAONT, IZFHITOORWTHRE Lz (K (1) -10) , F72,
19TTAE D FRA T, Bt & #U7ZPBDEs D 727> T & BDE-4728 EE /2 TR TH - 7273, 1990~20184E D ki
IZFB W TIE, BDE-2095 o R E LIRS FE B RMEAK & 72 o TV, T B O I, 4 FEPBDESRL A o A PE -
FIRFREH St —Z L T2, IFEOPBDERF ORI HBSI% G . N EOERNERIEEIZITE LD 20
TR I,

Loz &b, BEDOAMME, E<ICMED L) R@EmTKREBEREOIEHY TIE, EER EORE
BEAR L0 B IR R AN 72 POPs DR EEZAL AN BN TR SN2 H Y | M EDORBESEHEO LN R
b3 2 EHEE SNz, £72, NBFRsIZOWTIE, £ TORKTHRE TRMEU T TH -7z, EERETHRE
ENDBDPEG b ETIEIME SN2 EnD, TOAEMERMEITENEEZ DD, AFFETIZ, BA

WAERT 2B OPOPSIE Y DOREZIZ DN THID TH LN Lic, ERNICB T 2R E0BEHOM

HRERO L+ 5 L AHFZED b E a) PCBs
DPCBs35 L UPBDES DIEFE 1L, A X T & " prooor] pe025
(PCBs : 40000 ng/g, PBDEs : 1300 ng/g) 3-~ﬁ?i___%q§_ai}3 40 E 8
LA A # 71 (PCBs: 82000 ng/g, PBDEs: e 8¢
33000 ng/g) DIE L Flal> Tz, A
XU RAFH X, NN E oo o0
fHET2MONAERMETH D DKL, o msmmzmﬁmém e o
N EIRE DA T AR EE L b) PBDEs
THHEEMETHDIT-D, Lok H 7% 80 < 0.001 80 =013
HRRE ORI EICEEBIC LR *
HOEWERMRT L EEZLND, [
Lo EFRBHYO R T HEEEIC 8
BT 5 POPsTH YL LB A B L UL T ° 5
%% L/ T I/\ 5 & ”:% /;\_ E j’L E) : & 75) E) N -2.01975 1985 1995 2005 2015 0‘02000 2010 2020
L% ORI =2 ) v 7 L B REE (%)
DIERESE Ao i 2 [ L7 U R 7 3 (1) -10 b EONFhEEE S B XU 7=PCBs - PBDEs
fﬂﬁyjs‘%gg: Ehisd, IR DR R BN

\ZYEVEERESRIZHS 1S D PCBs « POPsOIFRFNFEMI D 7= 80 i « AMEICEER T 2 688 (N5 R alEh)
%ﬂ%ktf%%ki@%@%%%ﬂmtto%ﬂ%@%%uOPTUT%@%;me
s AN Ry (B - HREVE IS )

SN OFER, EMIKOIER D POPs 23 iH &, 2015 4FICHEMEME L2 BARE D SREZREL T
T2 EBNHBNE IR o T2, 2015 4E O JEREE K T DDTs (9 : 10000 ng/g lipid wt.) & PCBs (10000
ng/g lipid wt) OEREEENK b E <. KW THBCDs (8800 ng/g lipid wt) > CHLs (2800 ng/g lipid
wt) > PBDEs (320 ng/g lipid wt.) > HCHs (180 ng/g lipid wt) DNETH o 7= (LLT AN & H0E A
DIEFEILAT lipid wt 4 0) ,

POPs JRIEDRERFI M Lo REMT LI 2 A (R (1) -2, K (1) -11) | CHLs #BR< AHERLA
¥ (DDTs + PCBs « HCHs) O ZFEIEE 13 1982 £ 5 2001/2002 FE DO EIERE THE IR L Tz, Z OfE
Fix, 1970-1980 FARICI 1T AR R A O LFE - (EHFERE L BHIFOZEZ KR L= b D EH %

o
o
o@
[2¢0))
® oo

n
=

Log BB (ng/g lipid wt.)
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bID, E72. 2001 FELAREICFERE L7~ A #E Tid. HCHs O EREIE A B R REm AR Shi- 2 &
DD i BICBREE A S Av7z HCHs A EVEI S b Wi R IC KA SN CW D AR H 5 1Y,
DDTs * PCBs + CHLs ORI 1L, 2001 AELARRIFIE EFIRAEICH Y HCHs IR 12 HimfETH D 2 & D
D, HANT Y R T DY EORE DG L T\ D LRI, —F, A3 KO PBDEs
BLOVHBCDs OEFERE L, ABERILAW O Y — LITRR D | 1982 025 2001/2002 4 o {H (AR
THLMZ LR/ L, Z0O% PBDEs IZEFIREZ R L2, HBCDs (ZAEICHML TWD 2 &R L

(# (1) -2, (1) -11) o ZOFERIZ. ZH b BFRs (T K 28T - #2VE SN I~ O B Bh KA Ak e
LTEY, EITEFEHE Sz HBCDs DILFEBEDRKEWVWZ L EZRBLTWD, AN NI KUl
FEIR DBy A A2 kE 3 2% HBCDs DR &L S BIZ DWW TIEA B b ERTOIMLENH D,

#* (1) -2 POPs JRJE DR RINAAL & frifl A Fh i

HhANTV Ry FRIANLA A AIh AF X
year  1982-2015 2001-2015 1985-2017 2001-2017 1980-2019 2000-2019 2000-2016
PCBs BbEx Al L L x Zis L B ZA7 L ZAi L
DDTs  BA** &kl N Zi7s L B Zihs L B
CHLs EF > ZlAL Nz el Zi7 L Zi7 L ZA7 L B
HCHs B> Nz el Nz e B Zi7 L ZA7 L B Ex
PBDEs  E&F** Zh L i L Zith L EFE** L Zi7i L
HBCDs  E&F** R Eg** Zi7 L Eg** 7~ Zi7i L
T ALY RATIIHEF ARG EM AR T (k1 p < 0.055%k: p < 0.01)
PCBs DDTs PBDEs
6 6 6
PR I T ©g0g o L O ©§0q 4 |
2 |t 2 2 F et ©8Cp
p<0.01 p<0.01 U p<0.01
0 : : 0 : : 0 : : :

L L . . .
1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025

Log,,-transformed concentratidng/g lipid wt.)

CHLs HCHs HBCDs
6 6 6
D — ©§ég ST “r @8@9
. | . | @ ............ @.@@,@ 2 Lo
p<0.01 p<0.01 p<0.01
0 : : 0 : : : : 0 ‘ ‘

1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025

Year

(1) -11 AR ANT FUORE BRI S 47z POPs 2 DR RHIZL
C RRIA N (FERWERIRETE) - A AT (FERTEEONETE)

IINTICHER L7 2 COMRREEH D POPs 2SR S 4. 2&min e - ANEIRIC 1) 2 B AER 72 POPs 15 %
DR SN, £, THF (2015 FLARE) JERE L 72 W fifE D POPs X, IWEFEORXRXI A VT LY
SNEFED A AN T TH LM E LS, FRIE T 2 & DDTs (1500 vs. 14000 ng/g) > PCBs (1100
vs. 5500 ng/g) > CHLs (500 vs. 2300 ng/g) = HBCDs (210 ws. 2600 ng/g) > HCHs (180 vs. 1600
ng/g) > PBDEs (36 vs. 230 ng/g) DIETH 7z, ZOFREKIFT., FITBRBT LEMEOEITERT L6 D
EEZOLNDN, APEO B AERETMICIIT D POPs (EYITHIELMBE L TVWDH T EE2RBL TS, £
RN LIS, A ANV ORRRH HCHs IREIXER LI AT Ry 1 HfiEETHh o7
ZENG, Y EO HCHs 2@ EEMANEIRICEE) - ER L WD LRI L,

BBl b Lo ROBRMTOFEE, % A 2 A /L7 0 DDTs * PCBs + CHLs + HCHs 2 1% 1980 £ 6 A &I
R LTz (& (1) -2, (1) -12) , FEEROMAIEL, A AV AIZEFE L TUz DDTs & PCBs 123
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WCHB Sz A, CHLs & HCHs 1% 2000 R BIBE EHEIRREZ /R LT (F (1) -2, (1) -13) ,
CHL BUHNZ 3 1 2 Bl « O £E 1k 1% 1986 4F & LD Legacy POPs (ZH_EN o722 L 0v b A PEMEfGRE

(A A NT) T DB D FRITRERBEEN T RN O EHEZ S 72, HCHs IZHoWTid Bk o &
DN, FRHNEI A~ DO R T E & A I X DGR OGN EER & & X Hivbd, —J, PBDEs & HBCDs @
SRERE L 1980 FR D ERMEMZR L TEBY ., A A /LD HBCDs EEEIZ DV Tk 2000 LA S A
B2 EANEO Tz, T ORRIEL, PBDE ¥ LY HBCD SAIO BRI 2 . WifFFE iz 31 2 "Rtk o
ZCERTHHDEEZZ b, MHEEOHNEMICEAT H2FEND ., RAIA VDT EICKE % BE
T HREM/NUAEA BT 50K L, A AN DIEFTRBOFHEEEZFATHET S Z EBRHES
NTW5b, ZOH5%IE, HEAERROMKR 72 HBCDs =% U » ZHREICI 2, AR AE L2 E
JE LR R B IR AR & U 27 OF A SLETH D,

PCBs DDTs PBDEs
6 6 6
- (0]
E 8 o0 o)
4 ) 4 . ®...0 (@) 4 |
s | e Q... R
g 0| 8o gpg 3838
= O 0O o
w2t 2+ 2+ Q
E 88 84
- p<0.01 p<0.01
5 o R o . ‘ 0 . .
B 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025
o
&
2 CHLs HCHs HBCDs
8 6 6 6
°
1]
£
£l g, ‘t g ¢
e g 'E%'“()u,gg 0 A0
o o) @
5 2 2+ 2+ o
1 -t g
g p<0.01 e p<0.01
) 0 L L L L 0 L L L L 0 I I I I
1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025

Year

(1) -12 FAXIANTORRE N LR v POPs I8 B D R R 5124k,

PCBs DDTs PBDEs

6 6 6
s ¢)
2 4l 9.0 0.9 4t 8-0--g- (G I i 4 L
E; 8-e i ﬁ;@g.g; E? §§q3 E;
= ) ) 8"‘8 8. 608
S
£ p<0.05 p<0.05 9 p<0.01
c
5 o A o T o T
® 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025
e CHLs HCHs HBCDs
8 6 6 6
©
[
§ a4 o) 4 4
S g o I I E?%%
< o)
2 o 688 90 88 83 g8 8
5 2 | 2t 2 b o0
% 8
@ p<0.01
— o L L L L 0 L L L L 0 I I L L

1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025 1975 1985 1995 2005 2015 2025

Year

(1) -13 A AN DR bR S #u72 POPs I FE D IF R FIZA{L

< 2 AU (RS 7 )

N DFER, WFNERRED AT A U 2K SPOPs/3 R H & U, PCBsEFE (1 4fl : 14000 ng/g)
e E <. W TDDTs (4200 ng/g) > CHLs (1700 ng/g) > PBDEs (270 ng/g) > HCH (98 ng/g) > HBCDs
(73 ng/g) DIATH o7z, AF A U DGR FPOPsREE T DT, 20004F LLRE O RE R AN AL & fif AT L 72
LA (F () -2, (1) —-14) . DDTs * CHLs * HCHs!& A B (248 L TV /=23, PCBs & BFRs (PBDEs *
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HBCDs) (X EHIRBEZ R LTz, WT4EE THIH O ZBFRs X, A 722 BN O A A V259 2 1R E
CEREMNME L T D SR SN S, — . PCBsICB L TiE, ko X o icih BT % BREE AN IX
BRHEMICH D L EZEZXONDD, AT AV OERNFRB L VITITERBARBO bk holc, AT A VX
REBRMEmKOB LY THY, HEHFML20~30FELENT LD, POPsOERNEROEIIT, BEE
AMOEB LD 020 BATHEND EHEEIND, FEE. AT AU TIE2013-20164F O EILFEN S &
PCBsAEiRE TR SN TE Y, & ITKRIRE e CHE T N EERI 5 CREAE L 7= K <1200, 000 ng/g%
B2 HERMBRENRDO ONTo, FIRFHICEIE - F5 LCAE (DXANT Ry - RXI AV - A4 2 A
JVI1 e AF A V) TPCBsREZ T HE, AT AURKRbEMEE R L, - T, WIENEREED A
F A VKT HPCBsIRFE XS R BIRA KRB H D EZ 2 bN D, KEHILEI O in vivodkBR CH%E
FMENTRD HAVZPCBsIEE (17,000 ng/g 1w) “HBME L ET 2 &, WIATNEREEDO AT A VIZET
L ERRE (2900-290, 000 ng/g) (X, 35%DMRIATZ OBMAEZREIE L Tz, AT AV 72 805k
R DB AELERFEIZ DN TIEL, 4% bPBsEM L~V OHBRLCHAEMDOE =2 ) 7 Eeit M/ giE )
A7 RN LETH D,

PCBs DDTs PBDEs
6 6 6

| T ke

2 2
p<0.01
0 0 ‘ ‘ ‘ ‘ 0 ‘ ‘ ‘ ‘
1995 2000 2005 2010 2015 2020 1995 2000 2005 2010 2015 2020 1995 2000 2005 2010 2015 2020
CHLs HCHs HBCDs
6 6 6
4 4 0 4

p <0.05

Log,,-transformed concentratiofng/g lipid wt.)

1995 2000 2005 2010 2015 2020 1995 2000 2005 2010 2015 2020 1995 2000 2005 2010 2015 2020

Year

(1) 14 AF AV DGR bR S AL 72POPs i FE DI R FIZA{L

FROAF AV THERERE DOPCBs « POPS{ELENRRO S 2 &b, ANk A HEIcBs T
% PCBs » POPs D B Y 43 A7 CHg R AN EALIZ DWW T S AENT « FFli L7z, Z“BH (A A - ¥ - e YT
A5) OHHT OSSR, 20174 L 2019F ICERELL 72 K B OB D POPsH R S hviz, A \m s
AEEWY DYEFE & P JUE TR T S & PCBs (670 ng/g lipid wt) 2 b <. KW TDDTs (200 ng/g
lipid wt) > CHLs (160 ng/g lipid wt) > HBCDs (24 ng/g lipid wt) > PBDEs (8.5 ng/g lipid wt)
> HCHs (3.8 ng/g lipid wt) DNETH o7z (LLF AL OPOPsIRE T & <ITHFE LARWIRY 2T
lipid wt4 V) , AHFFEDT — ¥ & BB RKFN20054FE 2 E M L - NEO “HEE=21 7 OER
LR L& 2 AW | HBCDsZ PR X TCOPOPSIEEICHBEZIIRD DN hoT, EHIT, 20124F &
201 TAE IS NTE D[R] — I5HS TERIR L 72 A BICB W T . WERB OPOPsIEEICA B 21372 < [FfE
FEThotz (K (1) -15) . F72. 20174 L 20194 (T ER L L 7= A H R PCBs IR FE D MBSy Afi /X 2 —
ZRRNT LTS 5. KB 2 R b < (Ui 1500 ng/g) . IRWTIRER> &> KBRS [ LR
FZIRIBRONETHo7=, Z OB A/ Z — 0%, EFEELZAT AV OEREFHELLTEY, &<
(B NIRRT EPCBSTE DA AR E NI L2 KL TV D,

E 51T, 20084E L 20194E IR L - NMEPED ~ 7 (FINEREL) D3 OfE R, k) 5POPs
N &, FOEENESTIXPCBs (520 vs. 940 ng/g) > DDTs (120 vs. 73 ng/g) > CHLs (63 vs. 42
ng/g) > HBCDs (15 vs. 2.0 ng/g) > HCHs (3.2 vs. 3.2 ng/g.) > PBDEs (3.8 vs. 2.4 ng/g) THho
7o (KRN O Hif O EE A3 20084F £ O ELBA320194F DR AR D 1 9efi) , PCBs % B < POPs 0 7% B2 I &£ 132008
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R L HER201MEDORIR TIRIE S L < 1XF% TH > 7= DITxt L PCBsIREE XA BT E M % 7~ L7 (p€0. 05),
PLEOFERIE, W NHEOIRIKRIBEEAED BT HPBSIEE M L CWDHZ L2 RB LTS, 72
AT AN R A CHBI S AR L RERIS, WU N BN R O~ 7 UI0E E i A H PCBs IR BE I VO E
mMazmr L7, UEDORREBETDHE, AT AU THLINZPCBsOERIL., £ OEMARIENERIZMN
2. HEWEN LTCREELEAS L WD AEERB 2 oD, iz, BERHBIZ K 2PCBsOREY 27
Z 3R L 7= Hickie & O SEATHIZE TIZYW ., B OEEAEY OPCBsIEE 235, 1 ng/g wet wtZ i L 7= 4.
EaEMEE o S E T HREEAZRM L TV D, PO~ T U bR S ZPCBsIRE (F K200 ng/g
wet wt) (X85 DMAT LFEOBEA#EIE L TRV, AT AV EHESFBHOERELY X 72T 5 5EM
RIFFTRDB RO B D,

10000 -

02012 02017
1000 + w,

)
3
T
=
0
S
1)
£
p= 100 - l J
2
F=]
4
€ 10 4 w
[]
Q
= L
S “'
() 1 4
PCBs DDTs CHLs HCHs HBCDs PBDEs

B (1) —-15 W7 N O [ — 15 T S 4L 72 K= HHPOPs IR FE R AR b

X BLITARMIETIL, POPsZE M L7=Fl— D “ A H « SEHREHZ DWW CPFRsZIE L7z, 4T D ff 5,
20174 L 20194 I CBRI L 7= M H x5, TCIPP (100%) . TMPP (94%) . TDCIPP (74%) . TBOEP (74%) .
EHDPP (58%) . TPHP (55%) . TNBP (48%) . IPPP (35%) . TPEP (10%) »3Fath &tz (FEINANIIRHR) |
R o P fE X, TMPP (1.0 ng/g wet wt) 23 b <. W TTCIPP (0.73 ng/g wet wt) > TPHP
(0.30 ng/g wet wt) > TDCIPP (0.27 ng/g wet wt) > TBOEP (0.042 ng/g wet wt) > EHDPP (0.011
ng/g wet wt) DOIEToH 7, ZHHEN S S DH I &R EE TR S 2072 TMPP - TCIPP - TPHPIZ
EHTDHE, INO3EILE I ORICAERT 20X THAWICREDOGWZ ENRINT, 2 b
DPFRs(ZHEERA/ATEAI & L CoOMAITIN A, MEFBHL= P d A A ~OFRMA & LTHHM S
NTna, &I mig-CEH EEICEET DX o0 TE, ko v VA R E %
MRS HMEAEZ N L CHEDOPFRSICEBEIRZE SN TV A AN H 5, & HIT20124F L 201 T4EIC R —Hb
JSTEREL U 72 “KCE T PFRs R A Ll U 7-#E B, TCIPPOJEFEIZ &M A S T LR LT 2 & 23
L7z (20124: <LOD-0.29 ng/g wet wt wvs. 20194E: 0.65-1.3 ng/g wet wt) . [E PN TIXTCIPPHLA]
(TMCPP) @ #13 <>, DEG-BDCIPP % F %4y & 4 5 CR-504LBLANC TCIPP AR ARffidn & L CIRIET 2 2 L A b
NTEBY, KEAXH A MNEOREEAAD bR ST\ 5, F72TCIPPIL, ABFFE THHT LIZ#ET N
WO~T7 Vb b S (FRAE :0.26 ng/g wet wt) , AWFFEIL. W F NEO LI EIZI T 5PFRs
15Y D FZHE L BIC O W THE - T LW COEFITH D, 4. PFRsOPEHIFICE T 5 2EH 7278
BERLERR BT ARG T HRBECAER Y X7 OFIARETH 5,

4.4 PCB - POPsICBE T 2 RBEEH S RO - BFt L 5% ORE

JEE = 7 RBHZ BT HPCBsD 7 T v 7 A DFRMTHRE RN . F DO BB A 1320004 LARKE & Wiisifed 1 12
BV, PCBRr L BIC KX DT DOPCBREEMN S OB RO FILTH S b TnD L H#fiZREI N5, DL-
PCBsB D HLF A A XV U HOREAM BIRBEMICH Y, FEEFRFRONKICLD b O L FHN S
b, —JF, WEBTFEICBWTH, KRS CEREN CIELE KO REBCF KN AR OPCBsAfiT E&A- bR
SNz, LEN-T, KE - ZOMOERIC K HPCBsOEEHHICHOWTIX, 5B OEHOME L & b
W2, KERFLZEE LB - IROBALAN EARFOERKNOEREEFICET 2 ARG OEENILEN
%, F72. CB-110 & 9 RIEBRAERDPCBSIZ DWW TIX, FOFAERLCHEH A R b U — 2B+ 51
WRFE AL, AROTNOLOERBENFETH D, S5, ENIOIRIEA 722 PCBs D K22 [ 4y
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i & MREE L 7oA R T U7 i ECR T 2 ENME T, EFEOBREANM O LA 2R T L5 4G
b, Ko T, EHAD D OWE %O ELZ T DWRFEICS T, MRt =4 ) v 7% % L,
L% DIEG O R CIE S D> 5 DPCBs DL I OWTHRGE, T 20 ERH L, iz, BEEDORE
R R 2 O T2 RERSIGEM 2> 5 13, ERERICE T D PCBs D & FE MR & i%%kbfbé & INIRIE
ST, BEEOBEEHER XL O EEOHIEICS 7 BPCBsIXmEM L TR | (I N D A
F A VITHEWTIE, PCBsiZ ;6ﬁﬁﬂ@#wAéM6VAW®%W£%%% #%wfwéomm®%
HNH RO BREE AT AR AY . AEMFRIC T 2 ERCER Y A 7 ORI KBRS 5 F Tk, IS O REfH
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GC-MS: Shimadzu GCMS-TQ8040

Column: J&W DB-5 ms (5% phenyl-95% methylsilicone), 30 m X 0.25 mm i.d., 0.25 mm film
Temperature :

Column: temperature programmed: 2 min at 40° C, 8° C/min to 310° C, 2 min at 310° C
Injector: 250° C

Transfer line: 300° C

Ton source: 200° C

Injection method: splitless, 1 min for purge—off time

Carrier gas: He

Linear velocity: 40 cm/s, constant flow mode

Tonization method: EI

Tuning method: target tuning for US EPA method 625

Measurement method: SIM/Scan mode; selected reaction monitoring [SRM] mode

Scan range: 45 amu to 600 amu

Scan rate: 0.3 s/scan
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LC-TOF-MS

instrument Sciex X500R QTOF system
GL Science 0DS-4 HP

column (150 mm, 2.1 mm, 3 1 m)

column temp. 40 C

flow rate 0.3 mL min—1 0.3 mL min™

(A) 5 mM CH3COONH4 in H20
(B) 5 mM CH3COONH4 in CH30H

time, min 0 30-40 40.01-50

mobile phase

gradient profile

B, %5 955
injection volume 2 ul
ion source TurbolonSpray
ionization ESI-positive
measurement mode Swath
TOF-MS (scan range) 50-1000 Da, 0.1 s
TOF-MS/MS 50-1000 Da, 22 ranges, 0.07 s each
collision energy ramp 20-50 V
mass resolution 30 000
total cycle time 1.768 s
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4.5 EE a7 REO—F/MRow
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[Abstract]

Key Words: Polychlorinated biphenyls (PCBs), Persistent organic pollutants (POPs), Temporal trends, Dated
sediment core, Archived biological samples, Global multimedia model, Simultaneous/comprehensive analysis

Information on the temporal trends of environmental contamination by PCBs and other POPs is essential
for understanding the pollution trends and evaluating the effectiveness of chemical usage regulations and
waste management. In this study, we elucidated temporal trends of contamination by PCBs and other POPs
in dated sediment cores from Japanese coastal and lake waters and archived biological samples by using
detailed and comprehensive analytical methods. Besides, we developed a global multimedia model “FATE”
which involves atmospheric, oceanic and biogeochemical processes including marine food webs to predict
bioaccumulation and ecotoxicological risk of PCBs on a global scale.

The analytical results for all PCB congeners in the sediment cores showed that PCB fluxes peaked around
1960s/70s and then decreased continuously corresponding to the estimated historical PCB emissions in Japan.
The residue profiles and temporal trends of major PCB congeners including dioxin-like PCBs were largely
associated with technical PCB mixtures, while unintentional emission sources for several congeners (e.g.,
CB-11, -47/48/75, -51, -209) can be suggested. PBDEs and DBDPE were detected in the sediment layers
dated after the 1970s/80s. Peak PBDE fluxes were observed in the sediment core layers dated to the mid-
1990s/2000s, while the DBDPE fluxes showed continuous increasing trends towards the surface layers of
sediments. A comprehensive analysis of screening data for more than 1500 micro-pollutants revealed several
anthropogenic compounds with increasing concentrations in the top layers of sediment cores. Considering the
chemical and toxic properties of the compounds, we selected TIPPP, one of currently used organophosphate
flame retardants (PFRs), and three PAHSs as “contaminants of emerging concern”. In the cetacean blubber
samples the concentrations of most of the legacy POPs, including PCBs, decreased significantly from the
1970s/80s to the 2000s/2010s, while no significant declining trends were discerned in the PCB levels during
the 2000s-2010s. Further, the concentrations of HBCDs increased significantly in offshore cetacean species,
suggesting their long-range transport and increasing exposure of the biota in offshore waters. We also detected
some PFRs such as TCIPP in coastal fish specimens with increasing concentration trends during the last
decade. The accuracy/uncertainty of the predicted data on bioaccumulation of PCBs obtained by using the
global model FATE was evaluated by comparing with the observed data on PCBs. Based on the global PCB
inventory including those from e-wastes, the FATE model predicted no declining or increasing trends of
bioaccumulation of PCBs in East China Sea/Kuroshio regions during the last decade.
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