JEAE BT BHEER R B E ((bEWE ) X 7 o)
RS FEE~RT K TG E

ZBE M A EWE ORBRIE L OB R E IS B4 2 M58

AU T LRSS LT EWERABRIEIC R4 208

WHoE s W R (ESZESEG AN IErT A A BR)
WHEWE WL s (ESZEEEG AN IET AR AR BR)

HE

WA, RN Y T AT AOHBARRIZE Y .~V T AEF ¥ U —HRAIZHD
HHA v~ N7 T T7EESNE (GC-MS) IR EX v U v —H 2 &2 H =00
15, £721T GC-MS & W R W SHTEDBFE KD b T\ b, AAFFETIE, [H
EWEEEAT HFERSOBENCET 58 (FEMMETNE) 2B\ Totnk
IZGC-MS ZBH L TWAOAEWED S H, OV Y[ah]7T v Tk NV a]
TURITREVBLIONRV YLD 3IWE. @) TFABAY (TBT) BLO
U7 == VA (TPT). ®4,6- 7 B L-7-245-F U 7 a7 = ) F3)2- kY
TINVENVAF AR XA I K —)L (DTTB) BLUNFH 7 aloRdv 47 4t
Ry RV ORE ) F 72V (TARIY) ZReE L, ~U U LAERIC
e LTS HTiEZE BT 5720, OB L U0O@1E GC-MS DS ¥ U vr—H 2 & LT
KFBBIOCEZOEMAMEIZOWT, @K v~ 77 7% H0c HIEIZHOWT
BitLiz, ZTORER, OBLVOQIEF vy VY —HTAEZERLTH, RBEOT T A,
F—T7 VAREMHEITIEET L2 L AARWENRE TE Do GEEZHET
T, 2L, WITNOXMEWE S, ~Y U L3 LUUKEME RO IXFRFRE CTH
ST, TR HICHAR TEREHARIIRER T AR LT, QIZ W TR =+
NTZT7-T % NEAF— KT LA BHERE A2 516 T 2 W R8T A3 /I BE 72 43
Wbl c& -, &5HI12, DTTB IZOWTIRKERZ v~ N 75 7-HESHTEH%
AW SHE bR LT, OB W THEE LW o 5k HLEITREHR (O
AR BEIEAE L OARMBE A 10 ng/g AT, BIEAR B L OBEFRAR : 3ug/g BLF,
@#E LT lpglg LT, @Kl 1gH7=0 30pg LLF) % Tl 5 A TOE AN THE
TH Y FAREFEMN MBI 2 EE~OBE AP CILARETH 72, ZNHDZ &
5. FEMASHEEOOQO@D 7HA O GC-MS HHTic, ~VU 7 ARG L1245y
FrizatgEcx, FEAMRTEORBRICHAETSH S Z EBH LN T2,
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A. BFEEEK

(G EWE %589 255 OB
BT 2R (WU FEM SEHNE)
DIZBWTHEERREINLTWDLHEEY
E2VWERED O B, 13 RECTRBRIEIC
WA v~ 7T 7-EE5HEF (GC-
MS) ZEH L T3 (Table 1)?, GC-MS
Xy VY —FTAXELTAY T AR
SHTWDN, ITE Y T L DOAEPESiGR
N T TR E ORI S A 2 fit
MARLEAPEFRXICEZ T D39,
Ltk b EENIRANTRREE L 720 Al D
EIEE 0 e FTREMERH D, FDTD,
FEERMBRHE BN TS~ T LARE
xS LT2 i OB 3 R b BT
%o 2D XD W RN AROHBFE TIE
FIE R S HRHE BV TGC-MSZ B L
TWAHEEBEIZONT, ~U 7 ARk
Xy UV —HAEZHW ok, £72013
GC-MS% W2 W R HTiEDBR%E % H
e LTWn5,

XGWE XY 3R T, O LA
Y — MMAE BT D EH O AR
B I OAKRMBERA N7 LAY — b
BLOZORAM TR INTZFER O
il ARM B L OB AR Do~y
[a,h]7 > FF k& (B§FR: DahA) . XY
[a]7 > b 7&Y (BaA) B LU V]
Bl (BaP) DO3WE. @Al - Bl &
Al & U THRGHERL T 25 A1 36 KON BRI
AnbsnTER ) 7= 8L ED
(TPT) BELO MY 7F L&A Y (TBT),
OHERL L IR RN TAIE LTHOY R
TV, ~AX Y7l RZ 472
Fexo FXx Yy URHE ) FT7HY
B4 T4V RY V) BLO4,6-27 1

72

N-7-2,4,5-RV 7T ) FxT)2-RU
TINFNAF LR RIS — )L
(DTTB) O7HEHA Zxt5 & L=, Q@D
BRIEIZOW T, BUTORBRIEIZK T S
FlEERD_LERET, RBRIE~D~
Vo AREBEXy VY —H AL LTOKSE
B LOEFow A >V TR Lz,
@Iz oWk 7 v~ 7 Z 7 (LC)
W FIECOWTHRR Lz, AR
TSR XL O E O Mia &
FLMCEEE 2R3, FEMIIT OB SRR,
Q@B eFE I L@ M7THEES T WS
EEZHROZ L,

B. ARG E

B1. BIEXSME

(Di% DahA, BaA, BaP ® 3 ¥WE % 5&ir
255 B IRIRAL K (PAHS) 10 WE %
%Gl Uiz, @I% TPT B L O TBT %%
&L, AREZENTO TPT B LN TBT i
TR E CERRLT D, OEFT «
NERYEBXIODTTB 245 L L,
PRI ORERS & LT, Al CA BRI R RE H
MTHITHEHIF U FF 2R L, Th
I ORERERIRE L ORERRIR O F7 81X
BATORBRIE D ITHESETo T,

B2. O@iZB1T BB X OHIESRMF

GC-MS Z7 v v b7 7 7 U—kK
24818890 35 L OV 5977B Al L7-, %
¥ U XY —HRAZEA~Y T LHA (M
99.9995%L4 F) . AIR TECH HLHA mifli 2 /K
FH AFEATEE NM plus & HVTHAE S
Tl AKFEH AL RICERZT A (FE
99.9995%LL E) & M iz,

HETAF Y E—F (A% v HiPH



m/z50-500) B LI ONERA A E=2 1
7" (Selected ion monitoring, SIM) & — R
THE L, TEX SIM T— RlZBIT 5%
E'EA A O —JHETITo T, €O
o> T 72 3T 41 Table 2 127”97, INER
PEAEW)'E (Internal standard, IS) & LT, @D
IR Va7 v b T -dn B
VIb|TNAT T edin, 7V -dn B
OV L -dn &, @It B Y
7 = =)V 9 dys (TPT-d15) Hifk b U 75
N dy; (TBT-d27) B LT T 7 F
4 dse (TeBT-d36) % L 7=,

B3. @IZRIT HEE R L OHIESRMF
k7 a~ 75782 0F NERSHT
it (LC-MS/MS), ik v~ 77 7&
BOMEE (LC-MS) B X ONEIKRZ v~ |k
7T T7-TF NEA A —RT LA KR
(LC-PDA) @ LC % H W= 3 ik oS4
1Tolz, IS4FE, 17 L 4FE, BEIMHI X
WED T Ty NEERGF LTz, K
12U AT B UK RLE LS E Milli-Q
Advantage A10 THLE L7 FERUKZ A L
= SONTREEE OREHC B W TCIE, BATIE T
% GC-MS &b L7z,

B4. REMR. HAEBRZEL LCEEBE
BT RERE M
BB IR EE A AT 5 RLL 7R
LR OFMAERE L., EERKZARNL
72
AR N ARAHEORED 5 [\l L<
(X3 EHE D K LIEICIIT 5 IS & Oif
e @ 8 % 4% %E {R 7= (Relative standard
deviation,RSD) Z M THE L L. 5HIH L
<IE 3 FlOEREOEERA ()& Y 10
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cx ¥EFE® T RIME
Quantification Limit, IQL) & L T, &HIE
JiE T L7z,

(Instrument

BS. E&-&E Aot

OIS ~OFRMEIGER & LT, 10
(FEMEMEFEY) . 5. luglg &7 D L DI
WL7=7 LAY — MilElE (OA. OB,
0C), TN 3 (LHEfEAHY) | 1.5, 0.3 ng/g
ERDEDICHAR L7 LAY — M
PRSI R (WA, WB, WC) = H
W DTS SREREEAIT L (n=3),
TRTOREZEF v Vv — T A THE
L7,

@I% TPT B L TBT 2 Sz
T &R LT KRS BN, TPT k5
FOVTBT 3ZNZ41 1.0, 10ug/g D 2
EED I oW, &3ES BEAT (n
=5 XV umEGERER 21T > 72, W
NHLEXFY VY —HATHELT-, £7-.
FERILND O & LT, TBT 2V &
D EDBBERD BT DA N—IZDON T,
BRI i3 2 il O FR 43 2 [T L7z b
DEREIE L, ERLE,

@TIZ 1976 FFIZAF LTIy — L kv
(FUE % BE > THliE O ) & 2 i 2 724
IO 7 —/VIEED 05gm=2) & A, 30
ug/g L7250 LI L T, EINEING
BREAT o7, I HIT, 1975 F~1978
AFL, ZOYRFEOGIFERLE LTT «
VR Y B LU DTTB OEEMENREH L
THDHH—2v b 10 #iHZ>NT, GC-
MS. LC-PDA, LC-MS, LC-MS/MS (Zfit L
77



B6. GC 73474 7 L Dt ?
OTIFRBRIEICHN SN D B T L DB-
17ms CliX, 7V R mzzH95 0
V7 x=L D —7 LSRN TE RN
IR I A I AV Y fau R g Wik N el = 74
Ve M) 72 Lb BT 50
TLEHWTEEREZIT), T,
Sigma-aldrich # SLB-ILPAH (£ & 20 mxN
£20.18 mm, = 0.05 um) =MW\ T, %
Xy Y —HACBT 5 EERE 2R
L7,
@TITRBIEICHWO A T AL
PEEDOEX20m OH T L& HNT, £
B LOKFEIZEBT D90 & L0
FEOBF 21T 272,

DBELVPQILB T 2REXY I ¥Y—H R
DFRET
C. BEBIUEE
Cl. %% V¥ —HRITBITB GC-MS 43

Hréft ORRES

AU T AT ALY WESE AL,
Z DA (Table 2) ZHNTH v U ¥ —
WAL KBBIOERIET L, Ok
FOQZEME LIRER AT b, AR,
=T VRBRMESEIEFET L L,
T EER S LN, £, v AARY
R HOWN TR, —RIICHEIZ L > T
ANY T HEKRFETARY ML Z— 0
BRDHZE005, TXTOWHEITEW
TSV OMELOK/NIHLLDOD, 7
T AT = a R E— B KO
E—=2713EL60% % VY —HAZHN
THO@ L bIZFHETH - 72,

7272 L, E2RMEHFIRERZE NS X
¥ ¥ E— FCOWETIIPAR AR~ A A

74

NI MVIIEL R o T, EEICEBWD
TIHBAFEDOATY v F L ATH A+ 720
ENELNTZN, 2SILVARRT Y v R
AEHWDHEE— 7 HENHE KT L &
W D18, JET) & INERR 2 /et Lz,
OTIE~Y 7 A TIL, JES) 70 kPa, 170 kPa,
350 kPa 3 L UY 520 kPa, LR 0.5, 1
BLO2min EMEEA LR, Eox
¥ UV —HATHERED LADEP- T
350 kPa 1 min |[ZFXE L7z, R HEFO
E— 7 mfElix, ~ U v A& i LT PAHs
B LIS DK 1/900~1/170 L7272, @
IZBNTH, OFFRIZNSLVA RZAT Y v
FLRIZOWTHRR 2T o723, ~U D
DT E VD i 72 7 & IR 23
B KEBTIIE—7 @REOHKICH
F ORI NI ST, ZDTZD, A~
U ABXOKBCTEEREET AT v
N R ZEHWE, — T, EHRMEHRFO R
7Yy P RIIBITHE—7mEIE,
U o A& L TR 1/100~1/40 TH 5 7=
W, HAWE (1.0 mL/min, 0.8 mL/min.
0.5mL/min) & X)LV A RAZY » FL A%
Bt L7c, TORR, EFRFEMHRFIT 1.0
mL/min D A7V v LA L LT, 0.5
mL/min T+ /) 350 kPa, JIJEHEERE] 2 min &
SNIVARAT Y RLADETNRE— 7
FEN 2.79~6.35 fFIC/2 o =728, 1 A
# 0.5 mL/min C/S)VA KA YU~ LA
DEM TR LTz, BRERMHFITENT
Bonl-rsue~v 77 5% Fig. 1 BLW
Fig. 2 2”9,

C2. REMB IV IQL
B oo &tttz D TR A 1
L7z, OTHEANY 7 ABLOUKEIT 10



~1000 ng/mL, Z3£1% 10 £ 7213 20~1000
ng/mL OFIPE T &R 2 1B L 7o /55 M
BAGREIT A~ 7 AT 0.9998~1.000, 7k
T 0.9999~1.000, ZEF T 0.9946~0.9999
EVTILD 0994 DL ED B R EARED
Boile, ~V UL KBBIORERZON
ITHEEE (RSD) X E4L 2.01~4.52%.

0.765~3.15%, 2.34~19.5% &\ LD x
¥ U —H 22BN TY 20%AK0 O BT
IRFERANE S 72 (Table3D), £72. IQL

WO\, ~U 7 AT 1.85~4.74 ng/mL,

KFET 0.791~3.13 ng/mL, &b E\V\EH
T 15.0~98.4 ng/mL L7201 ZEHE[I~Y
A& LT 3.4 f5~35 FREE DMK
L7 (Table 3D), 7=72L., %E#HD IQL I
REREICHE ST, 714 Y — Ml
T0.301~1.97 pg/g. 7 VA Y — Ml

SITZAH T 0.150~0.984 ng/g & FLUEME
(10 pg/g 3 LW 3 uglg) DK 1/5 B L N1/3
ZTRIZEECEENAIETH- T2, F
JE M A HE THEMEICHEE ST
% 3WEIZOWTIE, BaA O ILQ 17
AV — M iEe & QLB ol 5 o F e
fED 1/10 RifiTH 724, BaP BLW
DahA @ ILQ 137 LAY — il Sl
D 1/10 i, B OEEMEE D 1/5 1F
T ThoT,

@TIE, TRTOF ¥ U ¥ —HRIZEBW
T, 0.01~2mg/L (BSLJREHTE © 0.05~
10 pg/g, FEUEEDOK 1/100~3 fFFH2%) D
P CREMZIER L, £ OR%, TBT
B LU TPT OMBEREITZE 4 0.9972
~1.0000 35 X TF 0.9958~0.9999 &\ 37
DFX ¥ VY —TAZHNTH 0995 UL E
D B R BN S DTz, MR
ZEHRD TBT DA 23.8% ThH 7=, i
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Z RV 72 RSD 13 0.886~5.40% & 20%ATi
D RIFRFERDBZE LN, ERITHONT
1% 0.2 mg/L OO THEEE &2 B H L7 Rk 5L,

TBT B LU TPT BENEH 12.5%FB L
4.82% & 20%:A & 72 > 7= (Table 3@), ~
Vo ABIOUKFED IQL X 0.00396~
0.0118 mg/L & FEFITIRL | bRV EFRE
C TBT 7% 0.191 mg/L, TPT 7% 0.101 mg/L
Ll EFEIFIANY UL LR L TH 20
R MR L7z (Table 3@), 7272 L,

EFROIQLIFR R EITHRE % & [ TBT
1% 0.956 pg/g. TPT (% 0.504 pg/g & JEUEAH
(3.25 ng/lg BEL U 2.75 ng/g) OFI 113 B XL
O /6 (L DRE CERNAEETH -T2,

C3. ERGEHAVWE-EE

OTIEZ vAY— MBIV LAY
— MHALEE ST AR B A O TERIINENY
R AT ST R, ~U UL KFBLD
HBHRORIRT, 7 LAY —FRTER
I T2.7~133%.71.4~124%.38.7~114%,
7 vF Y — MLE SN2 AR T 66.0~
169%. 75.3~123%, 55.4~111%& 72> 7=,
OC B XL O'WC OB EE T FEEE O 1/10
72o7-DC, EFHE TIE LOQ Kii & 72 58
BERENoTohd, 1FE A EDRERIZ 70~
130%DEPHIZIL E > T2, WIhox
¥ U —HZ2ZHNTHREDE R
DELNTNWDHZ b, Fx U v—a
AHEELTYH, EEFEOHEN FRET
HDHZEDBHLNI ST,

@ TIIAMEER 2 FA W CTREE 1 pg/g
B L OEREE 10 pg/g D 2 JEEECTOFRME]
WEABR ZAT o Tl R, % v U v —H R
(2B 5 TBT B L O TPT DEINRT, £
NZIRIRE T 102~104%F8 L 84.6~



113%, B T 98.3~105%3 L 18 94.8~
109%& EH L DRETHLIFFICRL Th
STz, F2 5 EEITORSD 11 1.81~6.28%
EFTRT10%ART M T o7z, WINRE 1.0
pg/g 3L ON10 pg/g 1TIEEEDOK 13 B L
V3 fETHY, WTFhoFxy v —T X
ERHWTHEEEOHENETH D Z
EMHABMNITIR o7z, S HIZ, TBT
HEN2 Z EBRBERmO BT /3—I2D
WTC, FF v VY —H AT 3 ERITEH
ELERER, Coxx ) v—HAZHN
T 0.807~0.959 pg/g & %0 E BN
o7, 7ok, BRI 4 T
S TWeDs, 3 EEITO RSD 23/ <
WTNOX v U ¥ —H A2 E AT HEEE
DEWGIHTNARETH D Z L P ERTE
77

C4. 53T T L DORRFHER
@fﬁ\mumm&ﬁ%\$BEMH
IBTFDH7 VB OEFY U Y —HAIC
BT DM, MRS T AR EE DM

W UIEICH T % RSD, IQL # 5 H L7z,

ZORR, EOoxrx VY —HRAEHANT

bR EROBERIEIL 0.995 LI LETRAT

H ol PHTHEIZ W T, WTIhof

YUY =T AZBNTEH 10%A0 D BT

IRRER NS LT, 72, IQL IZ DWW TE

BT Z 21 10 pg/g 3 L V3 ng/g

DFI1/50 B L OV 1/30 % Flal 5 RETOE

EA[BETH o 7= (Table 3QD),

Q@ TIE— Az EF I L UOUKFE MR

WCHAREE IR DXLV THHBE
72 LRy DA A AEBh RO T A

Mz o, BEEIXRL 25 Z L0 D AR

EIEFRMHEEDOES 20m OB T L%
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T, BRIIBI DT AREL L0V A
RAZ U » L RZOWTHRE LT, &
OFER. W& 0.2mL/min, J£7] 350kPa £
K OINER 2 min 23 &S K < HIE
TE, 30 m MR &L Tv AR
FVEIRD ) A X3P TR—= AR T
D, ERTITAL M AU E2BIET S
TEMTE, KBIZOWTIIHT AHE
et U745, 04 mL/min £ TFRIF 5
ZEMHEETH T, 20m BT LxHW
7o g F I L UUKFE O EMR O BRI
0.995 LA b, fHMTHEE 10% LN TH D | &
FMHHAFFO TBT B L TPT @ IQL 2381
ITHYEMOKI 120 B L N1/75 DIREE T
EENEEL, 30m V7 L L0 BIFTH
-7z (Table 4),

@ITBIF B LC AWt
C. BRBIUEBE
Cl. LC-MS B &' LC-MS/MS % v iz
SIHT R DRRET
TANR) AT LT hr AT L—A
7 {tik (Electrospray ionization; ESI) &%
ToAXREERS A A 2 {b1E (Atmospheric
pressure chemical ionization; APCI) % HU >,
B DOUEIRISERIE T TA v T 2 —
NK DA F AT BRI LI, W
DARAFZBDTHRHETE ed o7z,
DTTB (L ESI 3 LTV APCIL & 611 A Ak

NHRETH 7= &b, —KICHW
H5iv5 ESI # UV, SIM :a‘ootwi%#)i)iﬁi
T=X4 1Y 7 (SRM) OHIESRMEDRHG

EiToT, EOREE, ISITT v FoE -
diow M 7 2% Accucore RP-MS. &)
FHIZ 0.1%FEEIRANKIS LY 0.1%F IR
A B ) — Vi T o7z, HEE LT



A& Y, 10~800 pg/L GRUEBHEZE 2~
160 pg/g; FEUEM D 1/15~5.3 %) OHFiPHIZ
BT DR EMR A VER L7245 5. LC-MS/MS
B L LC-MS WL FHEIFREL 0.998 LA
RE&7role, Elo 2REICBIT HO0MTH
FEX L OVIQL % Table 5 (29, DR THE
X LC-MS/MS 3 KOV LC-MS WL d &
PEEE 150 pg/L, AKIREE 15 pg/L & H12 5%
Kl Ch-o7, £7-. IQL X LC-MS LV
LC-MSMS D HME T3, WTiLd
FEVEEO 110 K CThH Y, FEEE A T
HIRETOERNAIETH -T2,

C2. LC-PDA % W= &k niedt
LC-PDA TiE MS &[RIUH T ATIEE
NMELBEHTE o7z, ZOM
D 3 KE Uiz, £DOFE, LC-PDA 1%
MS &g T % EIRRENES 22 572D
M UHBIE R R RN TAITH L I T
FF & 08 TR OB AT o 72, %
OFER . InertSustain C18 % FHV 7=/ BN
&b BRI THHo7- (Fig.3), WHE L5
(Table 6) % V>, 10~10,000 pg/L (GREHE
JE 2~2,000 pg/g; FEHEED 1/15~67 )
OHEIPHIZI T DM EHMH T DTTB BL T
4V R U TS FHBAR L 0.9999 UL 1
Erolo, PMTHEEIL DTTB 5L U7 «
R TR b ERE, RREE I
10%A5H TH Y . IQL IXHEUE[ED 1/10 H
It & BLVEfE A T B 2 R B COE RN ATHE
T > 7= (Table 5),

C3. ERGEFHAVWEER

1976 FFIZAF L= —v b v 7 & HD,

TR 2 JEVEE & L CUsnalR U 7= G
B 102%~107% & E DS 7 EZ LT
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b RAFREIEI G LN, 26D
LB LC Z Wi FIEIZB N T,
Xt G i oD FLHEE OO 3 A VX FTRE T &
HZEMBHGMNE ST, £T2, 1975 &
~1978 FFIZAF L, YT 4V N U &
721% DTTB 2 Sz 1 —~2» k10 3
BHZ DWW THHT L, £ ORRAFMEZ 7N L
Too DRER, B HrEEEIZ BT 2 E =
[FERARZETH Y [ LC-PDA O E&E Tl
DTTB I 4.93~142 ng/g THith Sz, A
FIFZE C DR I R TR BRSO & & R R
ETH Y, 50 FR1OERM & et LT
99%~200%C& > 7=,

D. ¥&%

Q7 vAY— b MhEEHET LHEERO
MBI R I X OARBBS B, ANz 2
LAY — MlB X O DIRAY TR X
AT FRE OB AM I OB ARKS
@ DahA. BaA BX O BaP @ 3 W&, @
AR L . BEE AR L OBEHH O TPT 3
L O TBT, @RS TOT L N &~
BELO DTITB @ 7 HHEHORERETH D
GC-MS 3HTIz 2>V T, OB LO@IFE
XY VY —HALLTKIZEEBLIOEZED
WAMEIZ W T, @ LC & A=
SOWTHR LTz, Z0fEER, OB XU
XY VY —HAZEELTH, RBRED
AT 5, =T UHIREHEFEITIEET D
Z el BEWENRETE D005
EAaREEECTE =, @IZOW\W T LC-PDA
W JTET 2 WEIRIRE 4T 23 AT RE 72
ISR E RS CE 7=, S HIZ, DTTBIZ
DN TIE LC-MS B XY LC-MS/MS % H
W HTiE b AEEE LTz,



UbDZ et OO 5 HADEF v
U ¥ —HAZEBIT D GC-MS 5HT1.@ 2 IH
H® LC-PDA Z3HTIZBW T, BT AEHEM
(OARMBERF L OAMBLHRA : 10
ug/g LA, BHEARM I L OBL AR @ 3
ug/g LR, @#E LTI ug/g LT, @k
Bt1g H720 30pg LAF) % FRIDIRET
DEBEVDARETHY . FEEFEMMIC
BT 5 EMEE O GHEILFTRETH > 7,
N0 ENnD, FEMSHEEDD
@@® 7HED GC Ftric, ~U v AR
B LTle b a g cx . FEM
i BLENE OFREBRICFIH ATRE TH 5 Z &7
BH &0 o 7,

AR HBFTED 2 E TOMRGHE R
DE. TS FEA~TT T AEEDOFEEM
A2 AR RRAE S 5D IZB\W T, FEM
HENED 8 MEREDRBRIE~D~Y 7 A
REEx v U Y —H 22X D RIEEDBMN
DFE I, THRSN, X ) v—
T ANZEBT HRERIEDR ARG e 2 WEIC
DUNTIE, GC Z AW WRERHTE & Of
BT, ®MHELTWLSMERZH D,

E. Br5esEs
El. FR3CER
1) Maiko Tahara,
Yoshiaki Ikarashi:

Tsuyoshi Kawakami,
GC-MS analysis of
primary aromatic amines originated from azo
dyes in commercial textile or leather
products using helium alternative carrier
gases. Journal of AOAC INTERNATIONAL,

107(1), 61-68 (2023).
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E.2 FaRE

1) EFERRAK A, A i, B
FIERNHRGECB T2~ 7 AR
Wt L7 iR o7 o L R Y
BLODTTB OFRBRIEICE T 2 KRF)
%5 60 RIEEA A L HIT e,
85 (2023.11)

2) WA -, I S, R R
WL OT AV R B LW
DTTB @ GC-MS 7ricEiT 6~V ¥
AR X U Y — A 2OF . HARK
TR 144 2, A1 (2024.3)

3) MRS, ] BoREE, PEELFnE, N
LZsFE7- FREHSHENE BT D~
U 0 ARG LT 28R i RAL
RFBFAORBIEIZB T D ET. 5 61 1A
EFE A T E RS TS, KR
(2024.11)

4) WERAR A, 7T, ] iR, N
IZSFE - QNMR % VW 7288k« Bhik
Klrp 7 vFETro~—7/La—)L
6:2FTOH D E &, % 33 [IEREL b5+t
e (56 4 BIRGMEYEA RS
(L% (2025.7)

5) HJRUBRAC 1, ML -, T _E3RGE,
IS FERSFP oA v #1b
A% PFAS D EF~D 19F-gNMR il
FH, %6 7 I8 H A E & NMR WF7E 242,
HRT (2025.11)

6) HJFRA T, [ E5&AE, AR, NI
R FIERSHHENEICBT 5~
T ARBICKHE LT N U 7 = = vl
EMB IO Y T FLBIAEM OB
BB DR, 56 62 Ml eE# A kT
Bt =42, KB (2025.11)




F. FRIFTA HE D B R L
1 Rt

L
2. FEHHREREE
L
3. EO
7L
G. 5IH3CHEk

D) RN+ ) EERFEE 5 AEY
BHrah T 5FERGOBSNZEET 2
e

2) BATBEERR EELEAE G

[FREH S OFEWERBRIEIZS
W O—EBIEIZHOWT, EHEKE
0420 559 %5 (G844 H 20 H)
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Table 1 ZEMSMFTED A EWE I L U4 5T ELE

HEYE ST S E

7 AL AW GC-MS

VRV (ah) T h Tk GC-MS

RV @7 b7t GC-MS

Y A= GC-MS

KUY 7 = LAY GC-MS

cY T FLEEE W GC-MS

F 4R v GC-ECD — GC-MS~t& IF
DTTB GC-ECD — GC-MS~i IE
A K ) — ) GC-FID — GC-MS~t& IF
T h7 vz F L GC-ECD — GC-MS~{ 1E
Ny sZmuxF L GC-ECD — GC-MS~ IF
TDBPP GC-FPD — GC-MS~t& IE
BDBPP1L. &) GC-FPD — GC-MS~2& 1E
Hike =1 RN Gy e

APO GC-FPD

WAk 3 Hh RN

fifi 2 Hh RN E

IKERAL A ) 7 A Hh RN E

KT RV 7 A W RN

AL LTILFE R 4y 56 B
HIEKBAL AW 7 L— AL R JE W FE E

GC-ECD:

Gas Chromatography-Electron Capture Detector (% A7 v~ K77 7B FHiER K H#)
GC-FID:

Gas Chromatography-Flame lonization Detector (W A7 v~ 77 7 IKBERA A AL )
GC-FPD: Gas Chromatograph-Flame Photometric Detector (A7 v~ k77 7 - RIS
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Table2 QOQDEREWEIZI T D~V 7 LH A4 R ORE SR

@

1) 3t aeft

Column

Column temperature

Injection volume
Carrier gas
Inlet temperature

MS transferline temperature
Ton source temperature

Ionization

DB-17MS, Agilent

(30 m x 0.25 mm i.d., 0.15 um)

100°C (0.5 min hold)—30°C/min—230°C
—2°C/min—310°C (5 min hold)

1 uL

Helium, Constant flow 1.0 mL/min

300°C
300°C
300°C

Electron Ionization, 70 eV

2) MERBMEL B L ONSRM =X —A 4

Quantitative Qualification

PAHs b CAS No. IS ion (), ion (/)
1 Benz[a]anthracene BaA 56-55-3  BaA-d, 228 226
2 Chrysene CRY 218-01-9 BaA-d |, 228 226
3 Benzo|b]fluoranthene BbF 205-99-2  BbF-d |, 252 250
4 Benzo[k]fluoranthene BkF 207-08-9  BbF-d , 252 250
5 Benzo[j]fluoranthene BjF 205-82-3  BbF-d, 252 250
6 Benzo[e]pyrene BeP 192-97-2  BaP-d, 252 250
7  Benzo[a]pyrene BaP 50-32-8 BaP-d, 252 250
8 Indeno[1,2,3-cd]pyrene IcdP 193-39-5 BaP-d |, 276 274
9 Dibenz[a,h]anthracene DahA 53-70-3  BaP-d |, 278 139
10 Benzo[ghi]perylene BghiP 191-24-2  BaP-d |, 276 274
IS-1 Benz[a]anthracene-d |, BaA-d,, 1718-53-2 — 240 236
IS-2 Chrysene-d , CRY-d,, 1719-03-5 — 240 236
IS-3 Benzo|b]fluoranthene-d , BbF-d;,  93951-98-5 — 264 260
IS-4 Benzo[a]pyrene-d ;, BaP-d;, 63466-71-7 — 264 260
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Table2 (Fix) QOOQDOBKXEYEIZBT DAY 7 L Al FEFO R E SR

@

Column

Column temperature

Injection volume

Carrier gas

Inlet temperature

MS transferline temperature
Ion source temperature
lonization

Quantitative ion (m/z)

DB-5MS UI, Agilent

(30 m x 0.25 mm i.d., 0.25 pm)

60°C (2 min hold)—20°C/min—130°C
—10°C/min —210°C—5°C/min —260°C
—10°C/min—300°C (5 min hold)

1 uL

Helium, Constant flow 1.0 mL/min

270°C

280°C

230°C

Electron Ionization, 70 eV

TBT: 263, TPT: 351,

TBT-d27: 318, TeBT-d36: 318, TPT-d15: 366
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Table3 DO F x V¥ —H AIZE1F 5 RSD £ L N IQL D Frig

OF AR FARREORIEICBIT 5 RSD BLWVIQL (VU w7 AF L UOVKHEIX
10 ng/mL @ 5 [A[FR1T, 2313 20 7213 50 ng/mL @ 3 [FFRTTIC & 0 F )

He H, N,
PAHs RSD?  IQL" RSD QL . .o RSD IQL  p .
(%)  (ngmlL) (%) (ng/mL) (%) (ng/mL)
1 BaA 4.52 4.41 0.983 0904 021 234 150 34
2 CRY 4.46 4.15 2.36 2.36 057 131 405 9.8
3 BbF 3.71 3.72 1.28 1.22 033 164 984 26
4 BKF 2.01 1.85 1.50 1.42 077 152 655 35
5 BjF 3.58 3.11 2.09 1.92 062 114 679 22
6 BeP 2.46 2.39 1.75 1.88 079 140 413 17
7 BaP 2.46 3.19 3.15 3.13 098 147  53.1 17
8 IcdP 3.40 3.73 2.19 2.21 059 822  59.1 16
9 DahA 254 2.58 1.69 1.48 057 195 441 17
10 BghiP  4.34 4.74 0.765  0.791 017 141 622 13

29 CRY 1.92 2.39 2.74 4.08 1.71 5.65 9.96 4.2

% RSD: Relative standard deviation (%)

® JQL: Instrument Quantification Limit ( ng/g)
9 Ratio of He IQL to 1

9 Results of analysis using SLB-ILPAH

OMEERIERE (Y 7 AR I OUKFHEIL0.02mg/L, 1L 02mg/L) @5 EEITIZEIT D
RSD £ LV IQL

He H, N,

RSD® IQLY RSD IQL Rati®? RSD IQL Ratio
TBT 540 00118 168 0.00436 037 125 0.191 16
TPT 127 0.00471 0.886 0.00396 084 48 0101 21

SD: Relative standard deviation (n =5, %)
QJL: Instrument Quantification Limit (mg/L)

(RSD and IQL were calculated from repeat measurements
of 0.02 mg/L for He and H, and 0.2 mg/L for N,)

.atio of He IQL to 1
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Table 4 20m 7 L% HWIZEEOKFER L OEREMHEHEEO
@? RSD, IQL 35 X ORMNIENIL FER D b

H, N,
TBT TPT TBT TPT
RSD ¥ 0.133 0.907 6.60 2.66
QLY 0.000894 0.00432  0.0295 0.00863

Recovery © 101 84.5 103 91.2
I ng/g

RSD 4.80 2.49 1.22 2.24

Recovery 98.9 101 99.0 84.0
10 pg/g

RSD 4.15 3.54 0.782 6.85

Y RSD: Relative standard deviation (n = 5, %)
2 IQL: Instrument Quantification Limit (mg/L)
(RSD ¥ and IQL” were calculated from repeat measurements of 0.02 mg/L)

© Additive recovery test at two concentrations (n =5, %)
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Table 5 A HTEEEIZI T 2@DTTB 5L UT 1 /v R U OPHTREE SR L OVIQL DLk
Concentration Method DTTB  Dieldrin
High (150 ug/L) LC-MS/MS  Ave.? 158 9
RSDY 3.85
LC-MS Ave. 149
RSD 174 B
LC-PDA Ave. 151 143
RSD 0.64 4.61
Low (15 ug/L ) LC-MS/MS  Ave. 13.0
RSD 1.38 —
QLY  0.358
LC-MS Ave. 13.8
RSD 6.92 -
QL 1.90
LC-PDA Ave. 16.2 12.5
RSD 2.45 6.83
QL 0.79 1.71
¥ Ave.: Average (pg/L, n = 5)
) RSD: Relative standard deviation (%, n =5)
' —: Not analyzed
YIQL: Instrument quantification limit (png/g)
Table 6 QDX GMEIZF1T % WE S
Instrument LC-20AD, SPD-M20A (Shimadzu)
Column InertSustain C18 (GL Sciences)
(I.D.x length, particle size) (2.1 mmx 150 mm, 3 pm)
Column temperature 40°C
Flow rate 0.2 mL/min
Mobile phase A:0.1% formic acid in water,
B:0.1% formic acid in methanol
B concentration 60% (1 min) — (14 min)—95% (15 min hold)
Injection volume 10 uL
PDA wavelength range 200-700 nm

Wavelength for quantification DTTB: 265 nm, Dieldrin: 214 nm
MitinFF: 265 nm, Anthracene-d ,: 248 nm
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