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Development of rapid and sensitive analytical method for
trace components in drinking water samples by liquid
chromatography / tandem mass spectrometry
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AGEARIT, EEICHER LBl E LT, BHEAERE, EEFRS, ERAKRSICKHE
R RBRIEFETHY, ZHREOMEFE, EFICEEREAREELRFIRLEERTIA 7T
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X, KEOKEDOEH), MHKEOEEHFEIIHNET LI ERNHDL I b, EHMR
KEBRAEL, KEZEEL LR TRZER T LI ELRZORFTEZRAT H-OICHHE
RTIBETHLEENTVS .

LIrL2ds, 4H, ZERKEKEZERT D700 ENOKE KA O EEKTHIZD
WT, UFToMERNEHILTWn5S.

(1) KEKESRHEDOIHEX

RIS SN D FMEOKIT, Fx, BREROHEML TEBY, 20154 6 HI21F
&M O CASFEZ (X XN 7 7 AT 7Y% —1 X : Chemical Abstracts Service)
N AUEEEBAE (K1228. 8/l :CAS LAV U =2, 20z &, Haen
MG H IR EMRIRE L TWD LA BHRL, FREIC, Rk dHFEEEZAH LI
AWML D KERKOBREH R A PREEDL LN THRINS.

50 Years

100.000.000

: . 100 millionth substance . | _ Ny
30.000.00 CAS Registry Number : June 7015
1786400.23 4 .
80,000,000 |
70,000 000
60,000,000
50 000000 ~26 million
40years
40 000000
~10 million
30,000,000 ~3 million 25 years
10 years ﬂ
20,000 000
0l ..___uuuuuﬂﬂﬂliuiluiuuiuiui

Illll..-....«_thvuvhu44d~~§~~~~»~s-p,,~--¢‘-‘- *******

HiE® : CAS (Chemical Abstracts Service)® Media Releases® 1 ¥

1-2 CAS REGISTRYSM D 50 EE D H UV
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ZEB I B L, oK TREBEOBRERNREAE LGS, Rl S wRes
MRV BT, GYRFHEYR, KEETEDONTZKEKFORLVAT VT B RGN
B OPNE, AT AES 2EE(- T A e YT THESHE (LLF, TGCIMS
W L) OBRTHY, KRAVLTIIALTE ROKEREICHRZ2ES L2 E0nb, HQRE
He s O R 22 RS ICERE N TR o 7o, 207D, IR HIXZ O RFEEOBEICIHIET 5
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DY AT DOEWFT-RALEYDOBRE FIEDOHESLLOTEORE{LRRD SN T NS,

(2 REGVRTFLIA—FNAYIFEORRBRDOER

AEAK QMBI FE (Rl iR T N Y AICKDWHE) CTRAET HHEERERY
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Bl 21, EHEKFIZRADA A REENTWDLEE, 4V VAR XD REHKH
CERBAEREER STV RHER DaeERT s IERH S . oy, ki
LBR R ZE N DL, KIEKIR O BALY) A A2 & ALBLK D B FWE 2 KR E £ Tl I ] &
FRER T E DML RO B TWD . FEEE, 2016 4£ 10 A, IR TRES -y
MR RV DK B REEE A 2 25 BBFEM SR S hv, £ AR EE I D & Bl am S
NHENT-EFRH B .

(3) KEFXKOELWVFERKR

KIERZMRIGT 2 AKEEEROTHREARIT, ARBICL D KFEEOHD L EFLL
TAKEEOEREMOHEMABEBIZ, F4, HIBZROLAL TS, ZOTHREAED
HIB, KEFEOEFOP T, BERKEKEZHRT D12 LERAKEREICH
TOTHEEABZHIBT S Z & THISTLIMMICH D, Z OB I, 5% e L
TWS ZERTRENTND., 207D, KEFEKT, RonTHEEABTHERN
CKBEREEZITOVLEND Y, KE S RN 2B IITIEEZRDTWD Y,

4) REBATEMEOFRLOMHBSEMOEME1L

VTR, JEAE B K BRI A P & L TR B TR, M T O B R 28
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EENEL WAL TEAEH I TV AS.
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UbEDXoiz, BIEOHARDKEKDZRRKEHKT D720 kit
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1. 2. K#&E%
1. 2. 1. KEZOBE

KEE L, K (EKE) FECOWTEDIEEATBEFEOEETHY, KHED
gk OEBREZBEY N ORHAR L LD E LI, KEZFEOICERML, KOKESF
¥AREFTRT O LICEST, BHICLTEFERERKOMEBEZKD, &> TAKME
DmEEAEREORBIZHET 22 L2HMELTHIESNATND.

Fo, BROMFAKRMAKT, KEXPEROBFEEFICERS L, TOREZTLZOIC
RLZEDTERVWHEDTHY, 7o, KPNBFEEHLRLERTHDL Z LIThrhABL, KEKDY
KB E R NS 235 O JE L OJERARERIE N KO #EIEN > G BRAY 7 HICE L B 7 i
REFE LTI nEINTWD., 62, ERE, aiHEOE KOG A LFED
MRICW AT 5L L0, ALY, AKIFEKOKIEZIE O Z 15 O JE L OFREF IO
WZAKDOEIELDEEARMERICEO R ITIERLVnE I TWNDS.

1. 2. 2. KEREE#({E, HEEEREHEBRUVERSEH

AGEARIT, KEKEOZEEZHRET D20, KBEEICESS TREKEERE) & Tk
HEMAEREHE RO TERHNER) OSEBOL T IV —RNEEHICED LA T
5 (K1-48]). 2, 2hb0HEAB X, £EOKERER BRI OR 2RI
THERRELBITOR TS BREE). S50, KEFEFIX, KELAEHEELZORE
WZOWT, KEMREFHZFEMICKE LFEECEHERREET 222 28BMH T TS,

BRI A STRE

EER. EPWECDL T PAD S FHBIE
S 3 st =)  D10%{EEE TRESh 350 558 F
CkdEER 4% -2 EERIE31 TH B + 4)F L X RERIER0IEE

JKBEEFEEFHEFER REEHRY
KEEHEHERERE

(E1 55 B EEED : TKEEEC(RIREZFICHECI-REEER
SFHBENEETH 7o WIREL LI &I

=igs{EE HD D NGENE TIPS E BB T EIEE
(PRI EBHREDH) R EERAEI3IE B + 4E L X RERYEISIEE
BEMHEN EE S PP EIE BN TR BAROFRICLY BICREL
3 GERBEH
£4TTEBIZ DL TIEER- 50 R IRk

High ARS8 HP Ly 20

B 1-4 KEKEEEFIZOWNT
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KBIES 4 RIS TAEAKRE R 13, KEEECHETIHES (E 1545 H 30

EBBESE 101 5 V) ICko T, BUfE, SLEABCEEEIED LN TND (K
1-150) KEFERDBMIET D2 KEKT, COKEEECHEHATILERDHDZ LD,
KEFEMRITIT, KEEICRY, EHMRKERENZEE ST TWD (X 1-5 ZH).

¥ BEOBRERRHIFERFED12%E
A =2 e, D, FUKIETITK
REVEOEDOKREEHEL .
BERETOIDEIGVIELNFLNT
HHEROLNDEE . HHET

NO

Az | [0 | B -
' BRIEIC1 @SR
2 — R ST AB BRI T B
Y KR R A2 ' )
R SR -HOORE YES ff2L, 2-MIB, ST RIVE
H@miTOoC) DHnoR BR< %4
b3 *pHIK DTnELSOOAL
N AW 2
AN BRUNDAZL 2 2
e~y A WBFESERMD BEIEMD
— R Joessooxsy  KEBRER KEBRERE
i‘ﬁyf‘;u BARRAED BARBAED
= 1/5LLF 110LLF
1 EENIH A RUCESLSTEIh TSRS, l l
34BI1Iz1EELE
2 KBABADIRE DHEBEF A j
BT e sene | [ERIERL LR 1E L E#E
BE AL S A KRR ,

¥4 2-MIB, PxAAIATDNTIE, REO K EH ALY
CEMBLARMERE 1S BIC1ELLE

MR PR 22 4R 45 1 [ K UM A O (5 R e 18 12 BE 3 2 BBGREL Avf 2 A ot )
®1-5 KEREOHER - ABOHMI0—

COBESNTEDLNTAABEARELEED SIEA X, KX 209 BENS.

120%, —MME, 7 FIvA, KB, 8, P ex2oid, NOREICEEEL
BxnwkoRmESh MERICET25HA] (31 HA : £ 1-1 o#EAOHT) Tho.
Lo 12k, &, FRU DA, By ULA, DORYE, B, BY, K, B EEER
AEoEER2NEI>BRES AL MERICET2EHEE (A1E EXMEEEEBE)) (203HH
R1L1OFOOHEY) Tho.

B, NORME~DOREBICET HEMEMT, TBEEE (—HNICZEICERT S 2 &
X BmEE)) MBHEE (RYWHERT2ZEICEIVKRBICHNIEE) [P OER
Y] REDVRZEHRTHD. ZNLOXMNEWEIT, BIMEROHERRLENOH/ELNL,
WEZ Lo~ HFFARERE (TD) il EEEAED LN TWD . KEEHEMFIT, =0
TDI Z# W T, D> TR R T THREICEBEDO R WHFARE (KE 50 kg Dk
ABLIH2LOKEZRATHMEREAELR ) ZHE L TCKERERERED LN TWVS.
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£1-1 KEEXEBLEEE (511HB)
EE HE EE HE
_ TmDOBKTHEShD . ;

18 40 B £ 35 % 40100 LT BRY/\OARY 0.1mg/LELTF
KGHE BHEIhGZHIE (R d=lafiiF: 0.03mg/LYTF
. ARFIHLDEICELT, o . .
AREHLEBEVZDIEED 0.003me/LELT JOESH/O00*3Y 0.03mg/LELTF

KEBDEICEALT. .
KEBERUZDILEED 0.0005me/LELT JOERILL 0.09mg/LULTF
. LD =ICEEL T, =[O 5
ELORUEDIEEY 0.01me/LELT RILLTILTER 0.08mg/LMLTF
shOEIZEELT.
MEVEDILEAED 0.01me/LELT
ExXNDEICELT,
ERXRUEDILELEY 0.01me/LELF
. AfosOLDEIZEL
ANEIOLIEED <. 0.05mg/LELT
BHBEESR 0.04mg/LLLTF
STUEMAT U RUVER | T7oDEICELT.,
STy 0.01mg/LELTF
gg%iﬁ&vﬁﬁﬁ@% 10me/LELF
. IJyROEICEALT,
I9vRRUEDEEED 0.8me/LELF
ROFEOE(CELT.
RIRRUZEDILEED 1.0me/LELTF
P8 b i & 0.002mg/LELTF

1.4-O4 %Y

0.05mg/LELF

SRARUVISVR-1,2-24
AOIFLY

0.04mg/LELF

SHOoaray 0.02mg/LELTF
FhSoO0O0xFLY 0.01mg/LELF
FysoaTFLY 0.01mg/LELF
Rty 0.01mg/LELTF
EER 0.6mg/LELF

HOOFEEE 0.02mg/LELTF
sonokiL L 0.06mg/LLLTF
SHOOEER 0.03mg/LELF
CTRAEIARXEY 0.1mg/LELTF

xR 0.01mg/LIF
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70, K14 ZR LY, KEREESIEHBUNMCYH, KEEHEEEETXRXHEATDH
HAKEEBEEREHEE (R1-2~4: BEEZED20HE) <, HEEMAEE S 20
WS KEKTRCKE K TR BRI LT VWEA ThHEMRFNIER (£ 1-5) %

WIS, MEREAICIE SR - RO INENED TV 5 29,

®1-2 KEEHERZXERBLBRE (261/H8)

HH Bi#EE IHH BiEE
TOFEY FUOFEVOEIZEL [woH Yy RYAUOEIZEL
RUEDILED T, 0.02mg/L LLF RUZDIEEY T, 0.01mg/L LLF
A OSVOBICELT,

S B iR BR 20mg/L LLF
RUEDILED 0.002mg/ELTF (EE)
=% Ty S ILOEICEL [(1,1,1-FY 00T A

0.3mg/L KL F

RUZEDILED T, 0.02mg/LYTF >

1,2-so0O0x4 Yy

0.004mg/L LLF

AFL-t-TFILIT—

0.02mg/L L F

TN
E8ME GBrhY
FLT Y 0.4mg/L KL F 3mg/L LLF
BAUDLHEEBR)
ZA9VBC2-TF 0
0.08mg/L LT R5HEE (TON) LT
AX D)
30mg/L £LE 200mg/L BL
B iE Rk 0. 6mg/L KL F REBRED
¥
“BItiEXR 0. 6mg/L KL F AE 1ELTF
soapFEbb=HY
0.01mg/L L F (B 5E) pH & 7.5 BE
17
Bk —18BERLEEL, &
fmkosns—n 0.02mg/L LLF (‘& 5E)
(S5 THRE) AOIZETITS
ImL OB®KTHESH
REMBEEEREEOHD
BESH (%) HEEREHE HEEBM 2,000 LLTF
MELT, 1UTF
(=)
BRBIEFx mg/L YLF L1-SpnaxFLy |0.1mg/LYUTF
ANSYHL, 252 | 10mg/L BLE 100mg/LEL | PILS = L FILEZHLDEIZH
DLE (BE) T EUZDIEEY LT, 0.1mg/LULTF
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#1-3 KEEHESERTHEB (BXE#H) LHEE o1
EH BR{E (mg/L) EH BE{E (mg/L)
1,3->5/ppJary o 1s
(.0 0.05 v )1 A= WA 0.04
2,2-DPA

' . 0.08 LTS5 0.005
(25H) ANRIS5Y

i ) /935y
2,4-D(2,4-PA) 0.03 (AGN) 0.005
EPN 0.004 XeFay 0.3
MCPA 0.005 3= 0.03
7aSh 0.9 JyRy—r 2
FEIz—Fk 0.006 TR R—F 0.02
TrITY 0.01 Vi=P wi=i 0.02

— 2= 0=l N u b - 27
7=AkR 0.003 (CNP) 0.0001
FES5X 0.006 s )LEYRR 0.003

—he ypp40=J)
755a—) 0.03 (TPN) 0.05
S VE b b 0.008 STFOY 0.004

. N YT /KRR
AYTTURR 0.001 (GYAP) 0.003
4v7Fahnd N
(MIPC) 0.01 oAy (DCMU) 0.02
1UFaF+5> 03 SoRR=N 0.03
(IPT) (DBN)

A47aRYKRR CHaILERR

(IBP) 0.09 (DDVP) 0.008

AZ/H9BDY 0.006 SHIvk 0.005
DY § 1%

: : 0.00 4 0.004
125/97> ’ (TFLFAARY)
xx7FAaHpiLT 0.03 CSFFIY 0.03
IF4T7IVERR 0.006 SFFAILINA—FFRE|0.005
(EDDP) ) - (ZBEREFELLT)
IkZzoFAvHsR 0.08 SFAENL 0.009
INYSTFI—I N .

(THEAT— ) 0.004 YnARyFITFIL |0.006
IVRRAIITPY 3,235
(RTTE ) 0.01 TPV (CAT) 0.003
AxHTororkRy 0.02 SABARNY Y 0.02
o v

0.03 SARI—F 0.05
| (H#ER) i
AUHRrkOEY 0.1 AN Y 0.03
HXHHRRX 0.0006 SAERL—F 0.003
h7zoRkO—)L 0.008 BAT7O/Y 0.003
Ansyr 0.3 A4L0 0.8
ALY FT RIS AL~ o o1 a3 qyF4s
(NAC) 0.05 SL)BUAFNAYF | 0

FOTR—b
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®1-4 KEEEEESRTEHB (BEH) LAKRE €02
1BHE HiR{E (mg/L) HE HiR{E (mg/L)
F7OZL 0.1 Al vk DAY 0.02
FoS L 0.02 INTOFL 0.03
FACHLT 0.08 JLF3H0—) 0.05
FAI7R—FAFL (03 Jaisry 0.09
FARVALT 0.02 7aFF+ER 0.004
FIVILRYAY 0.002 JaEaFJy—n 0.05
?&g:;ﬂ’g)j 0.02 FoE4sk 0.05
FJoBENL 0.006 Far+Jy—n 0.05
'("ggp':')”’*’ 0.005 JnEIFK 0.1
rISHOST—L 0.1 R/ZL 0.02
FITZLSUY 0.06 Ryvvyny 0.1
A= AT 0.03 RyJyESYRY 0.09
R3a—Fk 0.005 RoJI2xFv7 0.005
EARakR 0.0009 Ry BJY 0.2
EssR=)L 0.01 RUTF4ARYY 0.3
ESV*%>ozy 0.004 RUISHANT 0.04
BV Iz FHY 0.002 _RyILt—h 0.07
EVIFhLI 0.02 RRFF7E—F 0.003
Eofoy 0.05 ?'77;'-/71':) 0.7
J47B=L 0.0005 ?;I'Z;'P")j 0.05
(71\7;;)': FAY 0.01 AV 0.03
(7;;3;’)"’7 0.03 AES5% 0.06
JIYLYY 0.05 ?gjf;’)"’ 0.004
(7';;;)7"’ 0.006 AFAAALOY 0.03
?pI:p'“)I_'“ 0.007 ARS/ZFOEY 0.04
JrhSHER 0.01 ANYTOY 0.03
TYFAFK 0.1 A7xF vk 0.02
Jaoa— 0.03 A7z 0.1
TA3IERR 0.02 EYR—F 0.005
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®1-5 ERFEB L BRE

HH B#&EfE (mg/L) |EE BiffME (mg/L)
BRUZDILED - TJEALBITFILRUDNL 0.5
NYUDLEUZDOEED 0.7 ST/AFXFRXRFY—LR 0.0008 (& ®E)
EXTX 0.0006 (&%)
- EHBITITIEED
RUZEDILED (TBTO)
EYVITURUEDILED 0.07 JoE/ 00 -
F7H2YILFEFR 0. 0005 JOoECHYO0EE -
TOUILE - SJoEHS/ O0O0FE -
17-B-T RS SH—N 0.00008 (¥ ) | 7 O E&FER -
IF-L-TRFSF—IL [0.00002 (EE) | T O0EER -
IFLYCTIUNER
0.5 Y JOEEE -
(EDTA)
IESnAOkERYY 0.0004 (E%E) | bV YBRTF7ELF=FUL -
BiEEZL 0.002 Joxsoar7Ebk=ryL |-
EEEEE =)L - SIJaEZ7E =ML 0.06
2,-FILTODTFTEY - FEFFILTEFR -
2,6-FILTODCTFTEY - M X 0. 001
NN-SAFLF=Y Y - FoLY 0.4
RAFLY 0.02 BIERER 0.025
1pgTEQ/L N—=I)NFaFx 422Xk
L4+ xL 08 _
('EF%E) V% (PFOS)
NR—INABFI 4B
FYUTFLVTFERFIEY - -
(PFOA)
N—=FrAYSAFLFTIY
J=L7x/—L 0.3 (&%) 0. 0001
(NDMA)
EX7zx/—ILA 0.1 (&5) 7= 0.02
ERFSPY - /Uy 0. 0001
1,2-74>xTy - 1,2,3-rFYHpnoRyVEY 0.02
1,3-742oxy - ZrUYRZEE (NTA) 0.2
TANLVEY (n-TFI) 0.01 (Z83) (ZH)
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1. 8. KEEKBEEFEBOLAEE (ET7ERVEEREE)

EHREEFTEODOLN TWORELEHESCSAEMEICEIERENEDLI2HFHORETIEN &
D, ThoomEFELY, —KBICATEE XL TNDS.

KEENED D KEEEHEBICONWTHOREFEZIEDOONTEY, £ 1-6 LT 171
ARLTZ@ Y, PR 154 (REWIE - Pk 2843 ) (RSl DKEEBICEHT LA
FOREICESEEAEFBHRENED D HE] 20 (LT, THERE] LK) L8> TH
HETOZENHZE ST TS, £, KEEFHBEEREHERHOREIC SV T,
1-6 2R L7 EATBEKEREN BT D [KEEMEIZET 28D OHE L OKE
ERAT LA O —E B NI AKBEKREERICBIT 2 EFHIZOWT, B4 KEEH
AEZEEAOBRAEFE] (UF, TEEREE] LK) PICERL TREZT O O —K
MTHsH. 2L, KEKEEAEL TR, SFHEE D 28GR LESETHNIE, W
HOBFETHRELZEBLTCHLINW I LIZR>sTWD. —F, BRMEBOREFIEITED
LRTELT, XMEL2BBIC, KEREZEMT 2HBENOIRE 2 2t L-mAo
IHETHRET 22 LIk D.

ek, HRERCEEREEICOWTIE, TKERESEIFOERIIKEDOLORH Y,
INLOBEWMEFRZBEINCE D ATV ZEBMETH D, TKERERMNOEHSIC
FHIZHILNTED LT DD, AEREBEDINTH-oTEH, 2 b EREEU EOFE
LROOENDMETIEIZHOWVWTIE, ThEBEBHICAERBIELRBD DL RKR VAT L%
TRTDZERMBETHL ] DR LOBEANDL, KRFORENMRAZEE 2 TKERAE
WOWTHRHEZITORLERS DL ESNTWD., Z0ke, FEAESBEAEMEERKERENE
BT 5 IKEKEREERFS OKEREOFMZE THERK) ] ICBWTHREF%, B, &S5
E R R ER AL O QW ESLH BRI IEOBMAITHOhATWD

- ETRENAEHOLNATIND
NERLOIAETHMLEGEEER

KEEHEBRBRERE -RERTENBHSIN TS
(FRISFE R/ RER) MAOMBEIERSIhTVSSNE
=R EE THNIETMBEDOFETEHLL

 (ERISEEFLEH)

SEFRFSNTOAVOT, S TEEZERLEZBRBEOFETH G

B1-5 KEKEEEFLREZOERF
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R1-6 KEEXEXFRELEFRE D1

BEHRAE &RE
— iR REHESTORNER1 HEEREME
PN )| BREAXEROMNRE2 REBREGEME
ARSVLRUVEDEAEY
tLORUZEDLEEY
HERUVEDIEED
ERRUEDILEEN
ARiE/OLEEY
TIORRUTOLEY BEFEETONRSES BEARE TSRS KA HTE
BRRULDIELY REGEETOHRES FARETSAT-HESHE 4L

FLEZOLRUZEDILEY

HBRUVEDILEED

SFRUZDIEED

FRUDLRUZDIEEN

IVHVRUVEDILAY

KBEUVEDILED BREAEETONRET EXxRERFREREE

TIEEBBER

HREERRUVEWHREER
BREAEETOUNREIZ (A y0= b 57%

IVRBRUEDILEY

B4

ERE REAEETROAREI6D2 4F29A N 5T

T UIEMAA VR UELELTY BREAZETROUNKREI12 44729038 5T-RAMHS LB R E

S5 BREAZETRONKREI8 1409AT 8T 5T-RAMHS LB R E
BEAEZETONREI8D2 BHFEI/OTLTST-HEHFE

d=l=li(d-

SHOOEE BREAEETONRET BEBE-FEEKLL-ARIOTM/STEESTE
BEAEETRONREITO2 HEIOTNTSTEEBHSTE

rJoOOBEEE
BEAERETROMNERE BEBH-FRELL-ARIOTM/STERSTE

RILLFILTER BREAERETOANEREI0D2 FERKL-BEREFE /AT 5T

BREFZETOHNREIONS FBHL-FE /OISR BT
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®1-1 KEEEFBLETRE ETD2

BEEE LRk
A4 REE A BREFAERONRE24 BHBL-BEREIOTNT ST

A RESEERONRE2 BEEE_BALES
A REE A BREAFAERONRB2802 FiBME-HERKIOTRISTE
) rE BREAAERONRE2 EHEL-FERIL-ARIOTNTSTREA A

BEAERETONRE2902 BHMML-BEEIOVLITSORRIHE

a1t B 3
14SFFHY

LR-12-CHARTFLIVERY

rvX-12-2900TFL>

SoOniay

TR FLY

hysOOTFLY BREAREROUKRE14 =S SvT-HRIDTNISTHED W&
BEAZETRDAUAREIS AYRRAR—R-HRH/OX N STBES W&

_RoEY

ZA=1=F W N

SOoEsOnr4y

BRrYNOAZY

FOoESH/OQARY

JoERILL
BREAFEETOUNERE14 R—=D Sy TF-HRIOTRNTSTEBESFE

14O FHy BEAZIETOAREIS AYFRAR—=ZR-HRHYOX N/ STEBESIE
BREFZETOANERSE16 BHRBH-HRIAINTS7EERTE

P2 3 BEAZETRONERE2 "= bS5y F-HRIOTKTSTBES &

2-AF AR R F—IL

BEAZETDAURE26 NYRFAR—R-HRHOTNISTBEES W&
REAEREROMNERE27 BHEBE-HRIOTNSOBEESE &

BREAZETONERES BERBETSAIHERS RO TE

Dy L TTRYILE REFEETONRS RERETSIT-RRAE
BEASETONRB? BEik G

REREN RESEERONBR2 ERE

H##(T0C) BREFEERONBRI0 LHBRRHAE

pH BRESEETRONRRI HIRBERGYL

% RESEETONERI Eheik

2K BRESEETONBRM Eheik

B REMESRONEHI FAEMEE

1 BREFEETONRSBA RARLEWHER
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1. 4. AFEFMEDERENR

AT, BESHELE, (EROSHE CEBEONE) &L T, AIQECHET
BN R E X W EL SN OHTIET, 2o, BESIIE L RSEORKE & HE ([RILR)
AT HONELE EELE.

VEAE, KEFEENERT 2 KEERETHE, ADBICL 2 KEEORD &ML LE
KEMHROEHFHEAOMM LY, KEEHOADOTH - NENHIBREL THRITTERY,
KEARDEEZHET B0, L HRGARREFE GRESHTE) Bk 5T
ZEEOLHY, BEDTEOBEEREE > TS, £/, RESHFFEL, Ml - BT
BEMiETEX22 600, EROBEESHLLBELT, Ea 2 N THENEONLD I LY
RKEARFETHDL., 20D, TRETOBENNLY LKEREOHEZHMNT 52 &
LAEEEARY, ABEARFEROKEKRDOKEZ L) EfEICIEETS 2 ENTREERD.

TGRS E & LS PIERRT, 22V ==V IHHERDD. R U —=u 7SR,
AGE ARSI 35U 2 2 15 Y W O MR 70 #8075 e S i o0 TR 7 0 72 SR & h
HIENBESERTVAZ 0D, KEFEEKICBITDERAZ U —=v 75 TED=— X
FEHFITE L, xR EBATHRENED LN TS,

A7) —= U ZAFIEICE, RESHIELD X0 @ET, 2o, HEWEICHET
EHZEDNRODOLNTVDEZ EnD, BESTLCRESIIE EHREE L BE (FIER) &8
KEnw, vk, WESN, RESWEKRRAZ Y —=2 7 5o RIL, £ 1-8I1CF L
O 7.

K1-8 BEIN, BREIRRVCRI)V—=V I3 HOEBERK

SHFiE EESH BED ARy )—=VT9m
I 5E X & x:1~#HEAR O:1~#%m1EH ©: BHH
AEN - EEN

x:1~HBELURN O: *¥HURN O : HEELA
(A E B

© : E#M<10 O : E#M<10
PHITHRE (RSD%) A : <50

© : H#m<20 ©: E#Wm<20
RE (ERER) © : 70~130 % © : 70~130 % A : 10~1000 %
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1. 5. BAEIBAINITS3 94—/ 3T LBERBR
1. 5. 1. [FLHIC

BIE, Wikr7a~ 797 40— /%7 2HE &5 8L (liquid chromatography - tandem
mass spectrometry ; LA, TLC/MS/IMS &) &% X 1-7 25 M) 1L, T A/~ s T 7
=/ EEmoHE (LLT, TGCIMS &) &) 2 DY, KiE - &dh - R - BREE - T3¢
ME 2 Efkx 7238 C, BREIZIRASHELLTHETND.

T ALIX, GCIMS JEIT I E it Rk 2 i 0 AHIELE, F721X, TARICESE DN
TR DOk L, LCIMSIMS #£1X, GCIMS i & RIRIC AR CREZEAT LT T
<, KIBEMHEORBZEBEEANAETHS. 20, REOEE, fitl & oo
TRENHIR AT ThH D (GCIMS HIEIC L ERFENMTRAEK T2 ZENAREREELH
%). F72, LCIMSIMS 35 O W|EKE X, GC/IMS & & g3 %5 & 100~1000 {5 F2 £ &
<, MBESHTNPAETHD (WERESHNATRETH D Z &1F, RO HRHE TR T
SMTEDLZEEEWRT D). 612, GCIMS EOWER GG N 200C T t&ib L,
o, B R LR WEEIK S FREOMEWICTRE LD DIk L, LC/IMS/MS ik o il xt
SUEE, K1-8IZRLI@EY, M, OMMEET, HEN&E S FEOEDE TR
IR TE D, Z ORI, JEXRAIELV LC/IMS/IMS i1, S8 TIREICB W T b EED)
RBPEOATLE TRZEREPATRETHY, 2 LEEKORF(IIIRESFETEDLHZ
EMD, FRa B TARKENZHIZERL TND.

LC/MSIMS IEDJRPRIX, B1-9IZ R L@y, MK e~ 7T 7 4 —&2HWNT
By M ESBEL, BREOWAT2RBU LOBEESITZ{TI>bDTHL. £ T,
UToOgETI, @Rk n~ 72774 —0MGw, 44 b o, E&oirikofm,
A A AL O, LC/IMSIMS %5 & O 8 5 o NE I HBER & 17 5 .




—— =

1-7 LC/MS/IMS EED 48 (Agilent &)

STE
A
4 LC/MS/MS A
(ESL%)
GC/MS
AR

EEt =BT

B 1-8 LC/MS/MS B U GC/MS O Il 7& 5% M & B

Q-pole O-pole
Collision Cell
C——1 C——1
I
(:) I:I
—— 1 ——— 1
o "s 3 Detector
(1 EEOEERR) (2B B OEERR)

~- LCE  —-2 MS/MSH# ----cmmm e e -

B 1-9 LC/MS/MS ¥ RE
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1. 5. 2. g@E&K@EKIOTLITS 74—

ks~ s7 77 —HlosEBOLRS, —KMIC, MEREKIZ e~ T T 7 4
—1i£ (High Performance Liquid Chromatography ; UL, THPLC %] & ; X 1-10 &) &
PRI %, HPLC B3V T 627 u<= 777 4 —O—HMTHY, BEIML L THEICNE
L2 HBERICKERER WD 0 FIETH 5. HPLC HE@EIX, £I12, BEME, HEF
7T, A v e Z— (REHEANLERE), S8t T 2, BRiiE, PC (F— X)) THER S
NTWd. ZZTiE, BEMHE, BN 72, REHKZZO W TR AT 5.

1-10 HPLCERE®DH# (Agilent &)

(1) B8

HPLC s OB EMHICIE, £ 1-9IZ/RL72@Y, o8 (IEME, &HH), ¥4 PR, 14
VAR 8 X FE S E R HET — RICRS Lo A BIE A K R IE I GRREIRIK) , F 7210,
ZORBEPEHEND.

—7, LCIMS/IMS {ETHEH TE 2BEFICIZHIRA & 5. i, LC/IMS/MS iE Tl
ME 2 ESI A A kik (L1 TR T, WilEoERMEE 7a NGk e 5
LHMNEIMPEETCHDLIIEDOTHDL. 20D, AEBEFAICITIAY ) —LTE =1
Yo X, mEo e b EHEESERINDON — KN THDH. £iz, ESI
Lo E, RERMEOBEE R (V CBEKFRSCBERBR T MY v AKERZ2E) X
HHTER VO TEEN/LETHS. 28, LCIMSIMS I T fl T & 2R i%, #3%
PECHLIBRT VE= T LARXBT VE= U LDOKERTH D .
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£ 1-9 HPLCRUWLC/MS/IMS TERAEh I HEETE— KB

LC/MS/MS
E—F & 5 48 #E4HA HEEH B
~0NiE A
B & & & &
IE 48 SYURHEL ElEE \E A
D 5 B
"RHLtB<H
1) A Ci18 KRIARI—I
W 48 B oK © BAEhdF
(ODS) KR/IZ7ErF=FYIL "
GPC SFELH
Ry <— BB TILEE | A
(EKR) p: [
GFC gEKktERY < $%hB82F
BE® FILiZBE X
(KR) — D59
LC/MS & X |4 #4 B
AAFW | A FXME | BRER EXEMAN
IC/MS/MS® | %D 4 &t
KRIABR I —IL HKEMRE BEIEE Y
HILIC SYAHEL ©
KR/Z7E=FYI | R I3 F
ODS % + KRIARJ—IL 44 %1
TILFE—F ESEMAH| O
A X|E | KRITEF=ZFUL EYIcER
(2) PBEHT A
HPLC {ED 4 EfEH 7 4 (K 1-11 28R) 121X, £ 19 TrL-my, RESCHEBOSHT

CADbE A RBEEMIRESAZLONEASND. OO T 2IEMED T 4 (i
VBTN, QKIAZ ) —LVROBEHEBEBMELE LT, @QBKMEMAEMEMEZFRAL T
xR Bt 2 0BT AWM 7 A, @OMAEZFIAL T, RESZSTOKE SIEICH
i %5 GPC B T4, @BXMBAFNICE T, A F VRS ENEET DA A ZHD
SLRYE, HEEE—FICLo THA R DT LAOBENFEET D 2,

7%, LCIMSIMS i Tl b Z <R SN0 T — NiL, UL OREIZ C18 K
Z3E AN L7- ODS (Octadecylsilyl Silica) 27 7 2 xHWIEHHSEE— R THDL. Zh
X, ODS %W 7 ATIEEOREVH AKX TEDLONL TWD 2D, BEIHIZITMIED K &
THR=FUARTOEREBEHORIENHOCSND N, HEEE T TRIER S LS BH
HREENFTFHTOL A MLICE L TWD 2 &b H D . ok, WHAET— N o5y
N7 L%, REREOABICEMOOIICIEFICHE Lo EE—FTHS.
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— 0, WHSRE— FOLE, MEOBRWAEBRILEMOER LAY R EDORFFTE R
WRENBH D, 2O, A, HILIC & XiEh 5 BKMEH BEA/EM %2 FIH Uiz o8t —
RRoA A 23 e b Wil R O EM ZIRE 72~ v F Bt — K& H 72 LCIMSIMS 73 1 1%
DRFIBHED LTV D

1-11 HPLC % B U LC/MSIMS EIZERASNWS QNS L

(3) KR

HPLC £ TIE, AWML 53 EHTIS U T, SOV otit4s, PDA i, REH
Prami e, #Oto ey, Bk, BT ERNS, EEofHm s (&
BONTE), ENEMM, M atmiba, ARCEELRLES R S s E i
W5, Bl 21X, FFEDRDY D H &R L WSS IR SER MO & WSt HasRe st
AR, SENTVWDIEZ L O 2B L2 WIGE 1T, PDA B H &K I L BEL MR
MR, mERTHBREBREZMEN TS, kB, Khso~ 7770 —ETHERAEND
BHEBIZB T, —BAICR B BRIRES R THIERE RN ®VOITE&SITRHSE (&
BAOHTE) THD.
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1. 5. 3. BES &

&8 (mass spectrometry ; LA, TMS| L BEEDREARW 2T, MEEZA 4 1k
EHTAERLEBA A EREBA A %2 miz (A4 O-EEREBHRE) 206> Tk
L, Bx DA X OMEEPEL T, - EESWNEIT) FETHS P

ZoaHTEE, Ofg (107 g) L dH D WIEZF LT O R H A a] B8 22 05 6 T m ek e
MEETHLZ LR, O TENL00 TIZBESZ U X7 ELMERRBR I NG,
ZOAREEEFICEL, BERLDESHVOR TV AN FED 1 >TH D ».

MS 3 DO &L, —MAvIS, REHEAE, A A AbE (A 0, BEEoBET, Bl
HoGies), FZEHERGH, HEESIE - T X LEEENL 5. ek, MSEENIL, A
F B ORL T (FA) IZHELT, MEOETFL /A AN ERLRNE I+ zz
EROULEND D .

MS IEORIEZTmERL LTI, £7, BALLRABZA A ETA AT 5. &k
AL UALKIE, TOEEEWE (mz) [ZXo CHEMESRR L7720, HESH (F1
L) ATV, BMEBRZAVCTHRIETS. MS EECTHWOL N E&yHEE D T2 fE &
ZONEOFMEZFE 1-10 IR L 20 ok, ZoRT T ILAMELS G VE 455 BT ik
X, B CERENEL, EFICHRVLTVWNEBRBEESFTFFTHDH. £, THETIE,
BEOMSEEZ WD Y FVNEMRE &S OKRMSIMSES RS b b &
o TN,

ZOETIX, A A AlE, WEBE &SP, MSIMSIEIC O W TR Z1T 5 .

R1-10 MSEEBENDRRMNGHEESIMELIRE

o B &R RE i |Ar
mEEE RAETEERNEL, &
MEREM o fREEHME L
(Q-ploe) (A% kg A
AT SyTHR BERTE% = {if EEMENEL
RATHE R _ BofREE, B FODA | EEENAPLHEL, B
R 17 B Rl N
(TOF) € HYA] B = {i
b Too—L
gt 5—5 & AR =, HEREAELL
Y h
N FEEICEM, HFLEL
AAHAO0 RBE | YOO E KR | BofERE "
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(1) 4 # > 1{Eik(lonization)
D 7= GCIMS 5 T— R & v 5 El 5 & ARBFFE D LCIMSIMS i TH W=
ESI{EIC W THER 21T 9 .

i ) El(electron lonization:BF 4 # > 1t) i%

El 1T, KAbLERBHCBEF42H CTCA 4 b+ 5 HET, GCIMS T b i Al
INHA A MLETH S

EI{EOBERS X 2 X 1-12 IZR T2, RKA T MBEFES R W %2 7 AL L TIT7R 9 &
ERHD. 0D, KD D WITEERXEOLE, TOXULIELILERHD. 20
72, RELOZALRHIIETH D GC/IMS IEIZ L LT\ 5 2, et S b TR
LC/MS/IMS IEICIFTEM Lic< v, £/, —iic, Abtzxfbs 20z A %72
W, BRZEWESHBEREME DA T ALIIRAIEETHD. Inls, BRAREME, ¥
FREEEICOWTIE, A F ik, vV ik, 7 VAL EOFER CTHEREMN, AL E
MR/ ONOWEOSGEITIENFTRE L R D .

El L%, #@%, 706V O RNV FX —TA F b E2T729720, AT OERE &
BICRF AN X —ICRD T T T A M T B ERT DL NG, FEFIC— R A
Tk FEE SN TS, ZORFZRXAVF =L VERT L2777 A b A DI
WD, (LEVMOHEERITLT A7 7V —BREELFAMH LB ORENTETHY, &
PMREDICENT AT M HTETH S

‘ \ T4 2A b

éﬂi?e
— Mite = M= === ====3 BENEIA~
RS5—
§ AAILUR
BIEEM

1-12 El Z0O#HBE
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ii ) ESl(electrospray ionization:T L% FARFUL—A F 2ik)ik

ESI{£1%, RREA AT MLiEO—FTH L. KA A bk, K 1-13 KO 1-14 TR
L@y, AEAEREEZE%, E/EAHNMLTCREBALA A LT 8L E2FIH L
A A AEIETH Y, LCIMSIMS 3T b — RIS S h b 1 A ik Th 5 3%,

ESIED R ROFHEIL, MEFRICRFRI XL —Z2HZ I W ENDHT T TR
VR F L OBRAEKIIVRNZERHITFOND. ZOk®, ESIEE, ElEE KT S
EIEFICY 7 N A A biETH D, T, ESIEERABOKAEZLELE LN &

&, KRB E MS HEEICEAT D LC/IMSIMS JEICHEFICHE L TR Y, AR LZEWE
REFHBEMEMEOREIZ M LA A U fbiETHH 5.

ESIIETAERT A A X, [HFE+H], [ FE—H " O LR ETHDH. £
7o, BEVHEH OBBECB 2 EORMAIOFEHIZ L - T, [+ & +Na]',

[5y 78 +NH,] ", [4 7 & +CH3COO0] 72 & A A RN L 724 ik o 4 4 v BNAERKT
HTEbdD.

ESIEIZ K D4 F b2y L 2alBhix, —Mmic, kXA %/ —n, 78 r=FU L
7 B RIER LT W~ m O EMTH Y, ZRGTEFBRRIEKELLED
(PAHs) OO EMITITHEVE I R NIHFENR L.

7k, ESIEIE, BICHRARTZ@EY, "= RieA A b ThDEIELITRERY, HiElE
WEFROT7 I 7 A MM AR ELNRY. 20D, ESIIECE, HERMEOEMELE
ﬁﬁﬁ<ﬁékﬁﬁ%é.:@E@%ﬁﬁﬁwﬁﬁkbf,mMMw¢HQWMM%K

HELVESOOBIELHINT 5 H1E, £, %325 MSIMS iE% HWT, JIEA A
VORERRERFOT I TA U MM A UVEEKRSIEDLZ LT, ESIEOEMRE N Z W L
IHETNAS.

i {g PR HREANTICEDHE  2—OVEREBRNCTIRS
— . BEH BEICIER

LWy > p

g, ,'_4+j+ + TR,

'~+-:-rr_r.-. ¥ +' :‘_ _:'I "I'-TT-"'#'E

TATY agsaAHR S re? =

5 . .
:#-’ILE;Z#E —— Tatuel s F e o
) % R i MS

A REENT] WESLY, S HR

l BT A S

HE - B RERT HP X b 30

B 1-13 ESI A4 A 2 biED IR
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e \ e b U1z €T

Skimmers

Caplllary Octopole
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Fragmentation
Zone (CID) Quadrupole

Fragmentor Volt Lenses

1-14 ESIA A ViILEEBDEE
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(2) NEBMEESHE (LT, TQ-MASS] &B&)

Q-MASS (%, 1953 (2 Bonn K% ® Paul HIC L > TEREINT-HMG 2 HE I A 4
YOBEZELEEFA LEEESITETH D ). Q-MASS O EEE I, X 1-15 1
AT LD, 4RO Tew y FRIREMNOEY, HFT 2E MO mMEE R Tl L THE

7 S

MELELEHEAERRE L ERLGDODYZELE, + (U+Veosot) ZEIMML (U ITERE
£, V IIRMEILEDORKME, o= 2nv, vIIEmEEOEEH) WEMEBELZFERK L TWH
7, 32:35)

F70, EARMZEBEIIKICRT LD, WEMO —mIZIiEZAA v mRdY, &9 —ik

ISR L DD 0N — KR EETH D .

R2n~nnd

@Hﬂ%ﬁ

-(U+Vcos wt)

AT ViR +(U+Vcos wt)

H1-15 mMEBKEESWEORBE

Q-MASS & Friix,
i) fEBIEZEE AL T3 de (@% 107 Torr £31)
i) /Nl 23 AT RE
i) EEEENARE (FKHro b o T 10,000u/sec LA u=HE — H & & HA7L) ,
iv) ZAf
v) BAENES
vi) BEEMENE L RSTFRES
%< OFEEFEo ¥,
i) ITHERR (R 7)) 2/ T&HZ L TCEEO/NLEZFREIZT 21XV Tl
72 TH D Q-MASS DL H EIFRFM o BAE L& ATREIC T 5. £z, HEE~O
HMAHFREEZ L TELDTGCIMSER LCIMS 7 ED Y AT AR KKIEF TOA A
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b E DM A EDEEBE LTV, i) 12 Q-MASS BV F Ry T HTHDL Z b
FLUOENCL, BEEREEHE/NSLS TEDLIHALEBMBEEOVTN D, i) TRV~
TV T EVEETHXRYET Y —GC ERHATHEXICHAT, BEOGWZ B~ I
T T ARBEEARGFEDO DI NVEEANY MLVOJEZFAEIZ L. iv) TEEPEALT
LRV AR T URHLNTEMHET, BALLT WA RIZORR>TWnD. v)
FHICHEEDO AN L — & — [T RET, £< DOAN Q-MASS ZiEH L LTHAT, AW
AR FHEIC &N > TWD . vi) FMER D2 ERBHRHZES TE, oA v
TF U ARMIER DX IENF R TE S,

¥, i), i) OFFMICEIE L THESBESITEE & OMAEGDENREL TH D Z
EHLEMT, EBICHAADEIIGC (W R/~ F7), LC (ks u~ T T
7), CE (¥ ¥ v 7 VU —&EXIKkE), SFC (BENRAKs/ n~ 77 7), IC (A F 7
n~ NI 7)) REZCbIES. i, A AV iEE OMAEDE D IR EI
ERESIHELSMCE, ClI (kA A 1k), APCI (K&EILA A4 1k), FAB (& i
T# %), MALDI (= MV v 7 AL — W —BilEA 4 1k), ICP-MS, SIMS (kA
FUEEGHT) REMOTELIFETD.

—7, Q-MASS o4 fFr & L Tk

O HESMEIZRENHY 2= b ofERE (B 21X m/z85 & 86, m/z500 & 501 @
EOICHER (U N1oEI M TR TEs L) BE
@ W E w2 85 O TRAT R T 0 5 T R T

nENRHITFEN D P,

LOLRnD, BonsEHRSCHEESBES RS ZLbHHM, £ LITa=y b
SRREETHORBEANSEL, £ EK LTS GC/MS = LCIMS (Zxf LTI+ 72l
EEERZHBR L TVWDOTRICHMBEIZR D Z L1370,

Q-MASS [FHIE L THEESPAEA SN2 ETOSHE THOWLA TS EFE-T
LIBE TRV BEREE L CiE, (%00, gt Ee ) mae ) gy
U s 0 K3 T Bl N R R L LTI 0D, FRESY,
BB 5T, b (ERkah) Y, malh e mqe T, @y Y, ek 30, ET
FRELSD, whEE 828 b 8 &g B, 2 Ru I s 2 WEA Y B THIGIC
b5 T Q-MASS Al ST 3,

EEL, VL=V —T7 7L —var-FfE—AaE (LAMBE) (02277242 —L—
M D&)EA A ORIETHER LIS BEE A 4 v OREEMITIC Q-MASS #EH L,
T a0 RIS E )KL 7z 5.
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3 FUVTILDEBEEDHE

NU VI E M R ATE L, K 1-16 IR L2 b, 250 Q-mass (Q1 & Q3)
THZ2EE (Q2) ZFtA THEHINICHF (Q1-02-Q3) LbDTHD. B, Qo=
¥ a kL (Collision cell) TiX, NIEEHT A5+ (BEIL, E2FHTALNY T AT R
M) ZHEICEBEIYE, QUTCERLEALY (ZOAF &2 TV Ih—H—AF
[precursor ion] & FE5Y) % 22 X & C 72255 &L i B (collision induced dissociation : LA T,
[CID) EH%) ICX V7T 7 A—varvzRIIED. ZOBEEREY G2 HHAELE
TG A M AL, a2 A A (production) & FREH B 23092,

ARAEE L, BARYY, a2V Varkr LTCHEBBHAVOAEZI ENE, HETH
Y VN EBEESHF EFIEN TS, L, BE, fETRESh Tn DAL
BEoaYYareVidMNERBOROYICZEMREPAAVLATEY, TFY 7VUEH
MR BT ITEEBKZ B ICRI L TV HETIHE RS ko, Z0®d, LV
RERAFEL LT XU T LEESHEH) ERLINZDIENRELholeh, Z0H
B EESHMESANEBRICRE SN RV RCHET OLENDH D .

MU EBE&ESHE (LUF, TMS/IMS] L8 1%, —MBICHTABERE L LT
s~ N7 7EBELTCHATS. Ao~ N7 7528ELELDE
GC/MSIMS, {kiikr7 v~ v7Z 7 %@ L7-b D% LCIMSIMS L M5, Ju~ hJ 57
OBEEHELTHWSZET, HESHICK D E W BIRMENE DU, &2 E &5
MATRE & 2% . F£7-, MSIMS EETIE, BEx 72— FIT LV &k & &0 &M 23 1T
Z% %9

T, AT L, SCANHIEE— R, SIMJEE—F, YmX 7 M A
> SCAN JI/E € — K&K O SRM I (MRM #IE) E— RIZ DWW TR AT 9 .

Q-pole Q-pole
Gollision Gell
| | | I |:|
' | ' ' Detect
— etector
(1 EHOEERER 2@ E?}Eﬁ%&ﬁ)

1-16 MS/MS ZEED#ERE
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i ) SCAN % %

Q-MASS 1281} 5 SCAN HI/E & 1%, FFEOEERBEOEE A & — EREM O
Mg cas 4 rmtzlilET 5T — T, BICEMESICAVLERTWS. —J5, MSIMS
FEIZBIT D SCAN JIEE & X, K 1-17 28 L72# Y, Q1 TSCANHEZITV, Q2 &
CQRTIERZEDEFEAA L ZRTHBSELFHIETH D P,

ZOMESEIT, Q-MASS IZH1F 5 SCAN MIE & [AARIZ, £ A ML THERT DA 4 1
FMET L ETRENEMERERT 50 FBECHETIERNGLENTED. £
7=, k95 SIMBPIEE, X s hA A4 SCAN JIE % & OV SRM il & (MRM Il &)
EOWECLE R T ) I —Y — A F O ICEEREEHEZR-TRELETHD .

mEB, ESIAF AMuiEIE, @, WEMSSIEYMOnFEICT v b2 ERfMFmT %
BANZNDT, DFEOFERMNELT V. X 1-181F, RAH U K (B & 342)
YW 2 SCAN HIZEME THIE LB SN MS 227 ML TH LN, RAD Y RO4H T &
+1OmlizOE—7 B I,

Q-pole Q-pole
I Collision GCell I
| | ' '
MS 1
(1EIEHDEEER) Q@E%%%Eﬁ)

B 1-17 SCAN il 72 i O & B

x10 & |+ Scan (5.901 min) Boscalid_scan01.d

184 343.00000

1.2+
i)
L =

0.9 = I

N7 Cl

)
0.74
0.64
0.54
0.44

0.34
0.24

0.14
0 N [ i

50 100 150 200 250 300 350 400 450 500
Counts vs. Mass-to-Charge (m/z)

B 1-18 SCAN BIEZICE BRRAADY FIBERD MSARY ML
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i) SIMBIEE (selected ion monitoring)

SIMHIEME &1, KM1-19IZ/ R L=y, QL TA AV &EIRL, Q2 XN Q3 TlkZx D
FEAA L ELETHBSEDLHETHB P,

SIMBIEEIX, FEDOA AL OHEE=FV L TTHE—RTHDLID, EMEENIT
vy, L, REEEZ, FEAF o ORERM (dwell time) ZR<ERETE, B
M+ 25E—270SINWEBAKIFIZH 3252 &5, SCAN HIEE X 0 & @& CHlE N
ARETH D (KM1-2028). 207D, SIMBAIEEZTIEESNNE LTHIRTETHS.
2%, SIM Il EIE X GC/IMS X LCIMS i£72 & D 2 2 77 )L Q-MASS D E & 43 Hr 12 3 ] &
NHMEETHY, MSIMSIEDEESITICIZH E VM L2y (MSIMS IETIX, 1%
4% SRM I EEHEN —RAICHEH SR D).

0-pole G-pole
I Collision Cell I
| ) ' |
P MS 3 Detector
(1 EIHDEEER) (2E B OB &:8i0)

B 1-19 SIMAFEZDHER

x10 4 |+ EIC(46.00000) SIM dimethylamine-STD02.d

494 2 3
3.8+
3.6+
3.4+
3.24

2.8+
2.6+
2.4+
2.24

1.8
1.6
1.4
1.2-

0.8+
0.6+
0.41

—

05 1 15 2 25 3 85 4 45 5 55 6 65 7 75 8 85 0 05
Counts vs. Acquisition Time (min}

K1-20 SAFLTF7S FBEERAEICEDSIMOPOT TS A
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i) A% %9 4 # > SCAN BlEZ (product ion scan)

Tua Xy A A SCANHIEETIHE, K121 - L7=#@Y, QL TR ED U I —
—AFUHEBERRL, Q) Vg EAICEAL, CIDTHELNETEX Y M A
Q3 TSCANMIELMHESEDL HETHS P, ik, 7V I—HF—AF 0, @F,
1) THER L7z SCAN JIEE Tk 217 9 .

Tua Xy b Ay SCANIEEIE, 7V D=V —AF U BHESHIEEOLE, E
MR ERREZ DX AEDLEDL LT, WEMGOHWET 250 FHEEEROMTICHZT
b, X1-221F, RABY FERERE ) Vg = Rx)LF—5V D 20V ICELEE T
TuX s A4y SCANHIEETHLNTE MS AT ML THDH. ZORMNE, 2V
IVEIRNLF—NREL DL, 1-22 TR LIERAD Y FEERD A KB THEHE
L72m/z307 KON 140 DA F U BRI ENTNDHZ ERbhd.

Q-pole Q-pole
I Collision Cell |
| ) © ' |
P MS 3 Detector
(1 EEHDEZER) (2E B OB &8N

B1-21 F7a&%9 4 #4> SCAN BIEHZDER

P —
BmRITRILF—IN x10 5 |+ Product lon:1 (5.664 min) (343.00000 -> **) Boscalid_MRscan02.d
Gol lision Energy : 5V A *

306,20000
i SQ.QOOOOB

x10 3 |+ Product lon:2 (5.668 min) (343.00000 -> **) Boscalid_MRscan02.d
|| Gollision Energy : 10V
140.00000

B

x10 3 |+ Product lon:3 (5.671 min) (343.00000 -> **) Boscalid_MRscan02.d

Gollision Energy : 15V 307.00000
] .

140.00000
A,

x10 5 |+ Prod_uc_t lon:4 (5.675 min) (343.00000 -> **) Boscalid_MRscan02.d
Col lision Energy : 20V

A

307.00000

2] 307,00000
140.00000 A

ol () B : +

1 1 1 1 [ [ [ 1 [ 1 1 1 1 1 [ 1

@%I*}b:\i‘_j{ 40 60 80 100 120 140 160 180 200 220 240 260 280 300 320 340

Counts vs. Mass-to-Charge (m/z)

1-22 A& b4 F Y SCANBIERIZEZRRAAY FEEZERZRD MSARY ML
(AYDavIRILF—5E5VHD20VICELSETHBEOLE)
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iv) SRM fIl%E % (selected reaction monitoring)

SRM & 1%, MRM JHIE# (selected reaction monitoring) & & FEIZH, Q-MASS T
EA S D SIMBIEE XV L BREDR & < @ IRERE S TR MEE T 5. AR E L
X, M 123 CRLEZ@EY, QLT U I —H—A A ZEIRL, Q2IZHBWV T CID 1T
VW, QB T ED T u XY A F U EBBIRL THRHSELHIETHDL D, b, 77U
—H—A A1) TEHL L SCANMIEET, YrE 7 AV idid) TR LEY
n &7 hA A SCAN MIEE CTHRIEAZIT I ON—KTH D,

SRMHIEEIL, QLA Q3 THRAREDA A ZRET D0, HFHITERED
WHIENFREL 220, ~ b v 7 ZAOEELRIFBICKHT D28 TE 5 P £/, SIM
EEFBRIC, QL XUV Q3 THEA A O HIERH (dwell time) Z# & < RETE, Ml
THE—27 O SINHAKRIFICHETE, SEETHENTRETHD (X 1-24 Z2H).

XHZ, SRMHlEETHELND 7 e~ M7 T A%, X 1-25 TRLZED, Q-MASS
T—HMICHEAEND SIMBIEEDO 7 v~ NI A0 Ny 7 770 RBKL, Rl
SNHE—7DSINWARIFTHY, mEERMENTETHD. ik, SRMHlEE
NQQ2DaY VareNIBITAHCID THILICAEKLIEAA L OAHAZBBTEDH LT
HELTWD 72, SRMJIEEIT SIMBIEE LD & BIRERREMICEHED, Ny 7
T3 RIAZXBKBEND =D THD . Zok-d, MSIMS D EBESHTICIE, —
XHIIZ SRM JIEENER SN D . ok, A A r0FZEE (MExtaE) 2>V TiE, SRM
HWEEBELVL, A F2BETDLCIDBRRVSIMBIEEDTRE N (/A4 X EL 7
0T, SINHIZm ELZRW).

Q-pole Q-pole
I Collision GCell I
| I ' '
P MS 3 Detector
(1EIEHDEEER) (2E B OB &8N

1-23 SRM BIEZDERL
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%10 %

+TIC MRM [ >~} R37_STO01ppm.d

L 1|2 2 34 156175 5l8 7
N 9.799
;_ 5918 1072
N 16.467
1.583
, 13.345
5 2815 7 12461 743
N 14.346
Ao
w104 [*MRM (252.0+ 120.0) R37_STDOIppm @
4'3_1 1|2 2 12463 3|4 4fs 56 7
3.5
.
25
2
15
1
0.5-
o
<ia s [+ MRM (Z82.0-> 171.0) Ra7_STDD1ppm
3;: 1 2 2 12485 3|4 45 5k 7
0.5
0.7
0.6
0.5
0.4
0.3
0.2-
0.1
:]- T T T T T T T T T T T T T T T T T T T 1
1 2 3 4 5 4§ & 8 W 1 12 13 14 15 16 17 18 19 20 21 2=
Abundance vs. Acquisition Tima {min}
gh #E o - —
B 1-24 BEESEBEERAEICLES SRMIOT LTS LA
gﬁl MMS ig 5 1 MMS
i - ey = Ll
E i = } wr
E - — 5 o - i
= I EMS E EMS
= o B =
’:‘ s 5 & "::'—-.-W-m—..u‘,,———i'lﬁ;_'?‘:ww..w.u:;;;;:mm\:ww ——
Z f’wm,ﬁ..l., PMS = PMS
& ——— =
bt i o
S B M’“--‘%ﬁ;”“ﬂ' :ﬁ—v"w-"g‘“*“'ﬂw'—“—n—fﬁ';w'-um"wmaf__.sg'x'w—: .o

(a) SIME—R

Hij# : LC/MS,LC/MS/MS & J&afE & ((PAf¥ERE) Kb 29

B 1-25 SIMERUSRMZICKE AT M SLOHE
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1. 6. AAROBRH A9 FEORIMFMA X
AL DOFE2ENDLE 8E TR I NN FIEOZEYEFEMIC oW TIE, UTFOO~
@Iz L7 HuECHEE L 7.

o FIE O A&
@ : EE T RAEAT T O B HERR MR U JE O L BRI 10%LL T TH D Z &

@ : WU REREEZATOIRERISGEONL TS Z & (FHEIMRE A 099 UL E).

@ : EREIA~OBRMENGRERFE R DM O R B2 T T HE 2 — 7 BRPEL I,
Mo, LTFO&EEMZL TS Z L.

O 7K i AL BE K

TRk 15 4EFRE @A (/K FE 4 1010001 ) % TRED b D OHTHE 2= L
o, FEPEFE A A RT 42 % TIRENT-ENKEE (HEHY RSD=15%, A1
Y RSD=25%, fEFHH RSD=35%) MU EE (70 ~130 %) Zii/-d4 2 &.

O KB JFR K

DFTREEE DY 10 LA T (CHH® 2 20 %LL ) T, >, BEENT0 ~120%ThHh D Z
ELEE, RUMEEE A R T A 2 TIRENTRNKEE (BEEY RSD =15 %,
A& RSD=25%, EHJH RSD=35%) MUHE (70 ~130%) Zi/-3 2 &.
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1. 7. XPROEW

1.1. THRARZZEY, BRRKEKEEZHRT D72DI21E, KEJRAK K ORER K DK E
AN K D FERARBL (OKE KR O BRBEG YR I 0 3 8 A B o FRIIREE) ORI I
HETHD.

L LARRD, BIEOHBARKDKEKIZONWT, BB KEEHBET 52D

(1) ARE KRG G D LR

(2) WHR T AT L7 4 — NNy 7 FIEORENL
(3) AEHFEEKDR L W FERM

(4) BABRSTHT BN 2 00 AR & 4 BT Bk 4 B o> A A L

BREDOMBEEMERTE HEMERCRERSIIEOHENR KDL TN D.

Z T, AR TIX, MEROSHTFIETIERE, EoE, mEECON TS ENEEL
MmoloE OKEEMEE, KEFRBEREHEE, ERMEARLY) X LT, 4,
RABIIZ 31 58 KA E W LCIMS/IMS ¥ O FI| R % e KERIZAE 2> U 7z @& M BE C bl 72 4y
PFREZHBL, KEFEERPNLZERKEKEEES IR TED2LOICFEFD T T L L
ZHEE LTz,

B, AHFETHELEOHIECODVWTIX, WEHECE 2 ErbE 8 ETHLETEY,
ETNZENOMBEIZILTOEY TH 5.

%2 FX, LC/IMSIMS (&2 FHIWIZBREEKTO R T FALAXBIONRNY 7 2 =)L A X5y
HERBOMBNEZ R LIz, —RWIZ, A XA WIE Grignard i34 727 v %
NHEERIICE D GCIMS IECTHIEEND. L L, oo EELHER TR
BALTHY, FiIC, BKREMTCBT2WERRIIEETOHBEICLELESALT VWD &
NH, FEERLELLIEORELARODLNLTND.

% 3 F (X, LCIMSIMS {EE HWIRE KT OT =Y U HHERBEORFNEZ R L.

— B, BEKTOT =V UoFEIXEME- T A7 e~ 87T T IEESITE (BT,
[GCIMS ] W) THIEEND. LaL, GCIMS IofilEX, 272 M2l
AREANCEN T HERN D DD, EHEME R EORTAHEALETH D P, I OFiLHEE
B E R BB ICE LD 720, EREOT =V UREBR L TLUE D AEERD - 7-.
O, AILHEBEIC-EORENMLETHLZ b, FIHLTEORE LA RD LI
TW5.

4 X, LCIMSIMS & W= KEKF O A A o K& rEAR S iEREOBRETNEA
oL, — RS, BA A RmiEEANIEAAE-RE 7 o~ 7T 7 0 —E (EER
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M) THESND. LrL, Zoaiikd, BA A RmEERs G800 s it+ 5 L,
KEKRFIZHENMEDENFLE LTSS, RBET 28NN H o7, £, KEFERR ERA
FRIC VR KIS TE D X 90, EMHEZARK LR EHTiEbL RO LA TN D.

05 &I, EARk 29 F4 AICEAFHEICB W T, WREKY 2 NS EEEE K BT
SNEZT 7 IR F AT DWW T, KIEKE O KIEKIEDOERN O B2 %2 Az
HWOMIEDORE AT 12

(X, LC/MS/MS k% HlWTeKEK P O RFEBMAIIERFE OB 2~ Lz, —KH
FBIIAA 70~ T T LKA NI TLRHNEETHES DD, O EmRBE
it i LEAN, OB HKE, OQLFMEDEENLIKNE, @REOIKINHMERE DR
BN L, iR iMEORFRRDENLTND.

% 6
, B

%7 F X, LCIMSIMS {E%& Wz KE KT O FEBESHIEREOR 2R L. — &1
W2, WERIIA A 7u~< 7773 (LUK, TICHE]) THES L, @F OKERE TH
AVITHERRICHERECD Z EiddbZen., L, HEMENRZL EEN5EETIX
WHERBDN R A AT LA A OMICEEL THRIEBL, MERLZBRTIIBLADH

O, Bl aiEOBRFENRRDENTND

# 8 ®lX, LC/IMSIMS iE&4 W T, &E& TIRIE 1.0 pg/L OHEREZ AT 2 R A A0
HritoMFEZ R LI,

KEBFEAKFIZRALDA T D EENTWDGEE, 4V BRI L0 LB KFITHD AN
MEWRBBAAERT DN D, REMRE 2 LM O 1/10 R E E TIZMZ 212,
AKEFAKF OB A A P E 1 pg/l (3 F THE L7222 5 A 0B o i
TOHONREBETHD. LrL, B A A 0F, I ICETHESIND D, £OE®
TIRAE 100 pg/L 5 Th Y BB E 2 SLEME O 1/10 FREM IS R 5 720 O @R E LT

TV, ZoD, EETFIRME 1.0pg/L T =72t A 4 BHEORBE R KD 5
TW5.
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2.1. #8

A R=y Vg VIOHBICA AR AT 5B E L3 R FTZenmbATVD b
U7 FNLZ4EY (LT, TBT) R MU 7 == L2 X{b&% (LT, TPT) DA
AR E W, BEA, PiEA, BEAE L CRER Ry NORESRE R SICEFEHEMAS
NT&E7z. L, 1980 FRHFENS OB FIGYRNMBEE 720, 1982 412 TBT % Hifil
TOHEEN T T U ATRIICHES N TUR, 2 OETHEOHENRE LA TWD. B
ATHbEA=hKMUTF L RAX=4FT K (TBTO) 7 1989 4 12 HIT(bZWE 5 & HHl ik
CEWTHE 1 ESELFE CRESh, B, MAROCEANEIEIRLTEBY, T 0O,
BREEHOAKEA XLEWIT OV T 1989 4F 12 H & 1990 4F 9 A 145 2 M4 B =W E (2 f5
ESINT. S5IC, 1997 FICHARBE LESN N T FALRAXGHBEIORIEZE L L 72
2, BETEBEAENAKRBICHEL LTS EExLRD. LnL, KiIETHEN~ FHIM
BGICBW TR TV ERER LESMBEICER L Z X, BOKEEET
X 25 mPL EOKRFBMICK L THEAXEAROLHEEILORANBENZ LB H Y,
BREE~OBERENERAIREER DI D, £, KEKICEBWTYH, ERFEEELTH
f4H 0.0006 mg/L NEDH LN TEY, 5, FASLEKPICBIT L7 =V VFEEEOERE
MAENMLERIAETHD.

TBT TPT

(CHo) zCH3
I

CHg (CHg) 5 =SnC | @_Snm

(CH.) 5CHs @

HTE: 325. 5 HFE:385. 5

B2-1 TBT & TPTO#HERLHFE

TBT XN TPT O34T FiEITIE, M W), Fak 10 4F 10 A 2B T8 = L7 AR M N 4 e i
AL E A =27 Y (LT, THE~v=a7 ] LI X2-28R) ICR# S

LTV 5 Grignard B2 W72 7 L FVEEEMRLIC LD GCIMS IEREH Sz, Z D5y
Hr7iE1%x, Grignard EZFM T2 2 L b EMERFERILIREALZAL TRV, FiZ, K
REMEICRBT 2EBSITONERRIT, FEEZOHBLCOERFSHLT V. £, HE
Y= TV OBH TRMEE, WARKFICBWTERERLVE A ENZRT EINDEE 1ng/lL
THY P, YRR O ITIE, 5725 EERE ARSI HIEORE R LELE ST
Wz
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AEEH1L) r
“ 0. &M 10m =
Lq! U B8 (1 Om 50

HCI 1 0mIZsi0 « AR —)L (1 OmIZID
NaCl 20g#Asil

a'd

a'd

Y

K (1 Ol A5

& — EiRE S !
AR S
BB I —FILsa~F+Y

2. 5ml (2[El#hi)
WAGEEEF MU L) § - Bk CEOK GRS M) L)

) JOYSILEZHS A
‘ =i EITmD .

FAE KL

- ~ 100mI(1 BB
~FH  50mI OB

5 I —FIlsa~ Nty
(1omlIFEH

| e (0. 2ml) .
2OV T T 2 LB —— PabtREWE A
(1 mlzAI) HRGC.MS
- R TI0NHE GC,/MS

2-2 BEEIX=_aFNLICES TBT & TPTOHMIO—

—J7, Ing/lL L XL o B FEREA ATREZ: TBT XN TPT O #iik & LTIk, # A7 v~
7774 (GC) LBHFHMET T A~HEDH (ICP-MS) Zi#lA & D 7= GC/ICP-MS %
LM OBREBBRESN TS O Lo, ZooWFEE, Sl UL ED K,
GC/ICP-MS M E A+ 22 &0 n, —RICHEHATE L oiELE LTERLTWRW, F
o, AMNOIE, T 7 FARTET B U LAGFEEKI-GCIMS IEIZ LD TBT LT TPT 4
WriEo et 247v, B FERMEE LT, TBT: 0.16ng/L & TPT : 0.30ng/L XfF 5T\ 5
A0, ZONHHIFRAEOE W GCIMS BAZMER L TWAH I L b, BEEEN TR 14 4
R L7 TEREHEASERE~=27 4] DOoEEA (LaWoiE (BEERE TR :
TBT0.9ng/L, TPTO0.6ng/L) ® b LIl ->TH bV, BIETIX, TBT KO TPT ZHricB VT,
Bb R FEELTREASA TS,

LB L, ZOSFEOHFERIEITECHERINSGT N7 FARUBET NI D
LAIFEMARETH D20, REBXF LT A FHIHET D 2R OKIY 2 WL L
BMLUTRZDARENH DR EDN ONDOMBEA LIFET 2 0. S E 0L aM & ¥
MEOM EOBENLEZDLE, FEBLTRIIEKBTELIFNLEI LY. 20D, K
I T, GCIMSIEICE DLV FH BRI TROAME A A HE7Z LC/IMS L2 X 5 TBT KO TPT 4
B 51573, Gonzalez-Toled™, /& 2 KOt Sano'™® 51z ko THET STV 5. LC/MS(/MS)
EET, T, WEREPNBEICRHEZNHAEOR WO EE TH Y, B, FmiEEs,
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Nu R, AR FEGM R OAE T v #ELEY (PFOS - PFOA ) 7¢ EIZREIA < /0 #r
R S, WSS FET D M

ZZTCARMEICBNT, WAREZAWTOIEOREW EIEEDFROM Ex HNIZH
B TR ZE M L2 LCIMSIMS 1T X D KER KT O TBT KO TPT O34 HiE Dt &
TV, RifRERZB OO THET .
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2. 2. F%

2. 2. 1. RERDOAREE
- 10 mg/L TBT £E¥EW : 1S, 100 mg/L @ TBT AR 2+ 5720, ik hY 7F
J A RXFEAE L & 10 mg KEFEL, A X —LIZEMFEL 100 mL & L7-. I, 100 mg/L @
TBT EHEFIER 2D ImLEIR L, A¥ /— /A TLlOomLIZAR - FHR L7,

+ 10 mg/L TPT £E¥EWL : A #)IC, 100 mg/L @ TPT EHEFE 2K+ 5720, HLHY 7 =
LA RFEYE A 10 mg KR L, A X —LICEEL 100mL & L7-. ¥&IZ, 100 mg/L @
TPTAEHEFIE S ImLEER L, A¥ /— /A TLlomLIZAR - FHR L7,

-10mg/L U 7 F &2 X-d27 (LLF, TBT-d27 & & 1) £= % « £ #)12, 100 mg/L @ TBT-d27
E¥FRRERYLST 5720, HE M) 7F VR X-d27 fEHEL %2 10 mg B L, A&/ —)b
\C¥AfE L 100mL & L7-. &iZ, 100 mg/L @ TBT-d27 FEHEFIE 2> 6 I mLEER L, # %/
— L T10mLIZAR - SRR L 2.
+10 mg/L F VY 7 = =)L A X-d15 (LLF, TPT-d15 & W) HE#EWE : fx#)iZ, 100 mg/L &
TPT-d15 HEHE R Z i+ 2 720, ik bV 7 = =)L 2 X-d15 fEH#E 5L 2 10 mg FEFE L, X
X ) — VICTEfEL 100mL & L7=. W®IZ, 100 mg/L @ TBT EHEFE S 1 mL H#E L, A
X =)L T 1l0mLICAR - FAR L 7.

«5ug/L o — N ERERERL - 10 mg/L @ TBT-d27 K OY TPT-d15 FE¥#E % 72 & 45 50 pL £
WL, A% 7 —/LT100 mL (AR « FHR L 7=,

2. 2. 2. LC/IMSIMS EBRURAEEZFHDOBRHFIE
KO H T EORFHIZH VT2 LCIMSIMS 3 > A 7 L1210, 1200HPLC-6410LC/MS/MS
(Agilent Technologies #:84) ZfH L7=. F7=, LC/IMS/MS HIE MO BEF O FIEIZ S0
T, MW EREEEMEICH T D LCIMS &AWL EWE O Sk &2 o)
DFE 1THFHIZE SN TWDOHTIERREIZI T D LCIMS ST SR E O EBE K O b8
BERERAEEMO T &) POHEABICHESA TV IDINERERE 22 EICL, U
TONECHEFZIT> 2.

Q7Y I —H A F (ML)

@7u X7 A4 Ar (M2) it

@B 7 A O RRGE

@B B, BED T b OB E SR OE 5

O (EMHREOMR) WO B R, HE K&K OE & TIRIEOH H
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2. 2. 3. BAMEYGEABROATLEFSE

AW THREFZ1T -7 TBT ROV TPT ORTAE F i, BETFOEE~=27 1 Y% 5%
L, FEMETREZEKLZK2-3 1 R"T 7 —%8HA L. £, @EESH A #E
72 LCIMSIMS 3& (& 2 i 145 2 & 0 &, AKF B O fiff J] &8 2 1000 mL 7> 5 100 mL (28 5 L,
TEEMEom EE Ko7, LTI, BB 5Bz i#d 5.

AN EEE 100 mL A& 200 mL D43k = — R IZ AL, 5 ug/ll %=/ — M BAEEIR % 0.5
mL (#exf# TBT-d27 : 2.5ng, TPT-d15:2.5ng), #fEE 1 mL X Ok U 7 A 59 &R
M7z, wIZ, ~FH20mLzMxTI0HMKEE S Lz, 5612, ~F ¥ 20mL
THMHZITY, L~V BEZ2EDLDEL. ZOANXH U BICEKREBET MY U A
EIMAZTHA - ALK, 2 —F U —2 XKL —%—% H\T 40 ‘CTAIEFLE ERT £ T
WIERME L=, 0k, AX /) — &M TOSMLICER L. Z ORIAHE % 1T - 7= iR
Z LC/IMS/MS 3£ E 2 10 L AL, &SI 21T 7.

BERIZRO L S IC/ER L. 10 mg/L @ TBT MO8 TPT FE %K 2 0.10 ~10 pg/L O 2 )&
#PH T, 6 B (0.1, 0.2, 0.5, 1.0, 5.0, 10 pg/L) (T A % J —/)L THA R L TR & T H
DIEMEREZFR L. F7o, EERAROBRIC, FRECEERICXLT, ynir— 1Y
BOWREIZTWTRY 5ug/L i ko cimL =,

WIT, L 72IEER % LCIMSIMS 2 ICEAL, BIELTHLNLI KNGO —7
HREEY Y — MEOY— 7 Wk ZEE L CREREIER L. ok, RRdHEIC
BUFH TBT KON TPT OEMEIRRE L, 2THEEmWE L TEHLTWS.
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Sample 100 mL

A

TPT-d27, TPT-d17(5 ng)

A

HCL 1 mL

A

NaCl5g

A4

1st Hexane 20 mL
2nd Hexane 20 mL

liquid-ligid extraction

O Shaking time:10 min for each

A\ 4

Hexane Layer

v

Concentration
by evaporator

v

Volume up to 0.5 mL
by Methanol

v

LC/MS/IMS

2 2-3 #@AKbED TBTELU TPTHHT720—
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2. 3. BERRUSBE
2. 3. 1. LC/MS/IMS AIREHDORIABRRUBE
2. 3.1. 1. FVh—HA4FM)OBKE

LC/MS/MS JIJE D 7= D5k Sk % Mt 3 5 72 o 12i%, &2, TBT, TPT, TBT-d27,
TPT-d15 O F Y I —H A A (ML) E L THRBERMEA T ZRFT LI ERMETH L.
O, FHEMNGBYOREEER (10 mg/L : A%/ —/L) 1 uL & LC/IMS/MS HiE (2 7E A
L, MS-SCAN #llE (RIE#PH : m/z 100-500) %17 -7z,

2-4 1%, TBT, TPT, TBT-d27, TPT-d15 ® MS-SCAN #lif (£ THYF 1 7 — F)
Lo THLNIEMS A7 ML THD. ZOMMNS MS A7 hLTHIE S 72431 E
X RY O B b TR S & A A 1%, TBT:m/z 291, TPT:m/z 351, TBT-d27: m/z 318, TPT-d15:
m/z 366 ToH>7=. Z DOHEREIX, [M-(CsHo)+1] ", [[M- (CeHs) +1] ICHIY T2 ¥ — 2 T
H Y, Gonzalez-Toled & W TBT KU TPT @ LC/MS HIE DM THE L TV D4R L —
H LTz,

F7z, M2-5121F A X0 DOLERNAKRD Mz, K 2-6~2-9(21F TBT : m/z 291, TPT:
m/z 351, TBT-d27 : m/z 318, TPT-d15: m/z 366 {fiT D MS A< MLV DILKK %R LT,
O, TBT : m/z291, TPT : m/z 351, TBT-d27 : m/z 318, TPT-d15 : m/z 366
HOE—71F, ZHICHHELTWDLIZERbroln. EHIT, 2OV —27 3HOBE
AR O ARGFHEORMAEBRELIC -HLTRBY, AXF 12008 Lz baW X
THEMOE—27 ThDHZ ENRERTET.

LLED#fER D25, MS-SCAN Il & T H 417 TBT : 291 (m/z), TPT: 351 (m/z) TBT-d27 :

318 (m/z) ¥ X O TPT-d15 : 366 (M/z) IO W Tk, MEXNEWEIELNT 55 F1C H+2 )
ML 1MOBA A ThHHEEZLN, TV H—H A AL (M)DEEHKE L CTxiE T
b5 LYWL,
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x10 5 |+ Scan (6.964 min) OR-Sn0012.. | x10 7 |+ Scan (4.713 min) OR-Sn0013..
291.10000 61 350.90000
6_
5
) —TBT TPT=
A
4
3
9
2- 27
14 14
439.10000
0- ——,—,—,—u_‘mu:r 0- -HM“MMJL*—LL—JLL‘IL—
0T T 1 1T 71
00 200 300 400  50C 100 200 300 400  50C
Counts vs. Mass-to-Charge (m/z) Counts vs. Mass-to-Charge (m/z)
x10 3 |+ Scan (6.598 min) OR-Sn0014..| x109 |+ Scan (4.499 min) OR-Sn0015..
g 318.20000 74 366.10000
7 —TBT-d27 6
64 5. TPT-d15—
5 n
4
3
3
2- 2
14 1
ol A o | ol Lt y} . LLJL

100 200 300 400 50C
Counts vs. Mass-to-Charge (m/z)

00 200 300 400  50C
Counts vs. Mass-to-Charge (m/z)

B 2-4 TBT, TPT, TBT-d27 8 KU TPT-d15 D MS AR Y ML

401 0%
32 6%
30,08 242 ]
200% 114 5%
3.6%
10.0% H_”% A6y 58%
0.0% --'I_I' L ! 'l_ll ll_lu |
W o @R O = NoB T W
N A O T -

B2-5 R AXKDRERMLAKS A
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x10 4 |+ Scan (8.997 min) orSCAN002.d

287.20000

280 20000

291.40000

/_ [ |zzEremsk

W 4 293.10000 295.10000

24 Z?jb‘t 'IUUU
1.5
14
0'5_/\/\/
04
285 287

Bl 2-6 TBT: m/z291 13 ED MS ARG FILERXTERNDRERBMES T

289

290

291 292 293

Counts vs. Mass-to-Charge (m/z)

347.00000

/ 348.1000

il

+ Scan (6.149 min) orSCANO002.d

/

349.00000

351./10000
T [ |zzEremsk
i
350.10001
A\
/ \352 10000 355.00000

B 2-7 TPT: m/z351{43ED MS ARG FILERXARFEDRER AL

349

350

351

352 353 854 355 856

Counts vs. Mass-to-Charge (m/z)
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x10 5 |+ Scan (5.837 min) orSCAN003.d
366.20000

0.9

0.8 SEo0000 I [ |xzEr@EmEw
TG
AR

0.5 [ ]
/ \ 365.10000 /

FaTatatat

. |
o =
] ik

0.2 U

370.20000

361 362 363 364 365 366 367 368 369 370 37
Counts vs. Mass-to-Charge (m/z)

B 2-8 TBT-d27 : m/z 366 f1iED MS AR FLERXTREZDRERMES

x10 4 |+ Scan (8.899 min) orSCAN003.d

6 31840000
5.5

51 316.30000 I:lxiﬁ?lﬁfﬁﬁ‘&tt
4.5 N

/\] n
- 314?\ 0‘00 ] \317&0040
| LA

VY

1 v u ?1 9.40000 322.30000

/ /\ N
0.5 313.1000 v \/Mﬁv\
0_ T T T T T
320 321 322 323 324

(4]
w
I
)
PR ——— ——
e

——

325

312 313 314 315 316 317 318 319
Counts vs. Mass-to-Charge (m/z)

B 2-9 TPT-d15: m/z318 f43EMD MS ARY FILEAXTEDRERBMELH
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2. 3. 1. 2. FRAFV b 4F > (M2) OB

RKOWETHEA T 2KER T E 7 b A A (M) ERGFTT 5720, &KH17E X280 KU
W (10 mg/L: A% /—)) 1uL % LC/IMS/MS ¥ @E (i AL, 2. 3. 1. 1. THBR
TV A=Y A F (MDD T X7 kA4 -SCAN JI7E % 1T - 7=. ¥ 2-10 1%, TBT, TPT,
TBT-d27 X O TPT-d15 D7 &7 A 4> SCAN HIEIC L W FB Sz MS ZX7 F L Th
% .

IRHDOM™MNG, TBT KO TBT-d27 2o\ Tk, ZHZ4 m/iz 179 X m/z 190 © 7' &
B MAFOBREN KR bESESH, TBTOZ0 X7 A A (M2)E L THRETHD
Zembhrot. ZTOWEMEIZ, TBTO U I —H% A F > ([M]+: m/z291) 7%, Collision
Cell ICBWTEEDTLEHEHE-MEEL, 7V I —H% A 4205 [M- (C4Hg)o+ 2H] *(m/z 179)
DHEEERAT D70 MMAUPRERLEEREBZOND. 2 OMEETREIT,
Gonzalez-Toled & 7% TBT @ LC/MS Il i& S # 7 D BRI I & S 4172 Fragment A A 2 Al
FRoELLE KL T ™, TPT L TPT-d15 15\ TiE, K 2-10 kv =1 #h miz 197
kOmiz202D 70 &7 b A F L DOBEN R bmSMES N, TPTOT ¥ 7 kA A (M2)
ELTRETOHDLZE Db Tz,

ZOWEMFZ, TPTOT Y I—H A 4> ([M]": m/z351) 7%, Collision Cell IZ# T
BRI LERE L, TV D=V A F b T VIR 2@ANT-T e X T A A
¥ ([M-(CgHs)2]" miz 197) BAEK LR EZ 2 LN D, Z Ofithf TR 1L, Gonzalez-Toled
5723 TBT @ LC/MS JIE ST O BRI E S 4v7e Fragment 4 4 > ARG O F 52 L —
LTunz .

TBT Product ion scan.

TR YS1:291mdz
12270000 Cal lision energe: 10Y
| +

y':-'- TPT Product ion scan.

Tt s B ] Y
Collision energy: 29V
( l d
10 3 TBT-d27 Product ion scan.

3 13000000 W51 :318m/z
2 Col lision energy: 10¥

12570000

*

IPT-d1% Product ion scan
113.50000 201 50000 HS ] - 98Bmz
T ] Eollisimeﬁergxﬁ%
*

" T "R YT PR g, S . . (Y. SR P
2% 0TS 100 125 1% L 200 225 2% 275 300 3

25 350 375 &00

B 2-10 TBT, TPT, TBT-d27 B KU TPT-d15 D F7AX Y b4 A+ -SCAN BIEIZE YED
hf=MSARY FIL
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2. 3. 1. 3. FEEASLRVEDHHORH

TBT KX TPT D E &SN ARER I n~ NI T L& 572012, BN 7 LOKRF %17
ST, BANZ, LC O Cled —MRMICHEH SN2 W HR 508 7 2 (L-columnODS : 3 um
2.1 mmx150 mm) Z AW T, TBT KX TPT OB — 27 JEIR O 21T - 72, Z OFEH, K 2-11
R EED, TBT &L TPTOE—2RKIZ, WA 7e—RFTdHY, )72 EREDH 20
BEAY—2BROZ/a~ 7T hEHDHZLIFTERM-Z. ZOWEMEIE, Sano™ 5
Ik >T, C18, C8, Ph RO MR NHEN 7 L EZHVWTHRIKOFBERNIE N Z LR
HINTEY, TBT K TPT 2RI 2 A XA+ N WAHR DB 7 L & O BUKMEAR B AEM 2
MTEL-0OThHEERISNTWVS. 2o, Sano™ & 1F MM o & [ E M % H o
HILIC 27 7 5% Hn5 Z & T, TBT KON TPT L 5HED 7 4 L OBUKMEMHBEERZ5 9,
TBT RO TPTORKARE—VIBREA L7 0~ T 025BT05. 20D, KiF5E
T, WY EEWORFRE I ODS RGBEN 7 2 X0 b @mWT ¥ /7 I RK Ascentis
RP-Amide 7 7 A (SUPELCO %L : 3 um, 2.1 mmx150 mm) % W\ CTHFt &2 17 - 7.

BB D%k & LTI, Gonzalez-Toled ™ Ot Sano™® b o i THRMA SN T & F= b
UILVROBEAME (72 Fh=F ) K01 %FEESEA D 5mM Fifg 7 > £ =7 LAKERD
Ty MobT) ERHWTHZR, K 2-12(a)~ W) T/RLZ X I, TBT XX TPT & b iC
ODS ZWBEN Z ALV bR REY—VIBRO 7o~ N7 T AR BLNER, ZOE—7
Wi, KRBELS 7 —FThy, EFEMICELZy—7 7% SRM 7 e~ 77 L%
BHrZENTERPoTz.

FIT, BEMHOLMIE AL ) — AR P 0L%XHBEHD5mM FiiET > E =7 LKEE
DI Ty NOHTICERL, BERMNEIToL. ZORKE, K 2-12(e)~(h)TrRLE LB
D, TBT KO TPT & bICRHGRE—2VBREZATDHSRM 7 u~ 7T L5815 2 &N T
7.
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x10 4 |+
3.94||2
3.25

%]
b
J1e's]

|TBT

2 75 |TPT

2.5-
2.25-
“ |
1.751

1.5
1.251

0.754
0.9

0-

1 2 3 4 5 6 7 8 9 10 11 12 13 14 15 16 17 18 19
Counts vs. Acquisition Time {min)

K 2-11 ODSEANWSLEALIE-BAED TBTRUTPTHERD LC/MS/MSAIFEIZL S SIM
s2a< cg 5L (1 mg/L)
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+ MRM (291.00000 -> 179.00000) OR-Sn204.d
2 (a) TBT(1 pg/L)

~

+ MRM (318.00000 -> 190.00000) OR-Sn204.d
2 (b) TBT-d27(5 pg/L)

Jlz (¢) TPT(1 pg/L)

+ MRM (351.00000 -> 197.00000) OR-Sn204.d

ey b,

x10 4

1.5

0.5

+ MRM (366.00000 -= 202.00000) OR-Sn204.d
. (d) TPT-d15(5 pg/L)

e

1 2 3456 7 8 9 1011 12 13 14

Counts vs. Acquisition Time (min)

x10 3
7.5

+ MRM (291.00000 -> 179.00000) OrSN_STD05.d
?(e) TBT(1 pg/L) 2

+ MRM (318.00000 -> 190.00000) OrSN_STDO05.d
o(f) TBT-d27(5 pg/L) 3

+ MRM (351.00000 -> 197.00000) OrSN_STDOS.d
2(9) TPT(1 pg/L) 2

+ MRM (366.00000 -> 202.00000) OrSN_STD05.d
,(h) TPT-d15(5 pg/L) 3

12 3456 7 8 9 1011 12 13 14
Counts vs. Acquisition Time (min)

® 2-12 RP-Amide A5 LERALKEESD TBT, TBT-d27, TPT B U TPT-d15 % & D
SRMYPAT NI SL: Q~W) X, BBMEAICFTENF=FMJLEZEHERALEY—X :
(e)~(Ix, BEIMICAZ2/—ILEFERALESYF—X
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2. 3. 1. 4. REBOEKYE, ZTHRY, EERLEEVICEEETETRENEH
2-13 (21%, £ 2-1 ® LC/IMSIMS I ESHBFCTH O TBT KO TPT O &4 1~ L
7oy, TBT KO TPT & $12 0.9999 DL E O HBIBRE A E LN TEHE Y, 0.1~10ug/L D 2 &

PHC R ERMEDHELR T 7.

Deak Area
Ratio

Calibration curve for TBT

¥=0.18634 x - 0.01486

Comc entra tion( pgL)

Concentration | ps/T.}

2-13 TBTH LU TPTHERORER
% 2-1 LC/MS/MS BI%E &

LC #8 Al %E & ¢
AR Agilent 1200series

A:5 mM CH3COONH; with 0.1 %HCOOH
BEE

B:CH;OH
Gradient A 5005 8056 (0 -7 min) > B:90 %(7 15 min)
BORHERE 0.2 mL/min
DI LERE 40°C
ER>H#HNS LA SUPELCO Ascentis RP-Amide (3 pum, 2.1 mmx150 mm)
AR 10 pL
MS/MS & B 5E & ¢
EREE Agilent 6410 LC/MS/MS
R (S ESI(positive)

Fragment Voltage
Collision Voltage

Monitor ion

100 V

TPT,TPT-d15:25V  TBT,TBT-d27:10 V
TBT MS1:291(m/z) — MS2:179(m/z)
TBT-d27 MS1:318(m/z) — MS2:190(m/z)
TPT MS1:351(m/z) — MS2:197(m/z)

TPT-d15 MS1:366(m/z) — MS2:202(m/z)
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WAz, SLERE TRME (LT, IDL &) RO ETE FRIE (LT, 1IQL &) = b
FHERBEEEREEGOFI &) PRBOUTOXTHH L.

IDL : #FHE X =1t(n-1,0.05)xcx2

IQL : FFHE K =0x10

2T, o: nlEIOKE YR Loy HTHE O R 2%

t(n-1,0.05) : fGR=TL 5%, HHEE n-1 Ot (FME), n=7 DAL 1.9432

ks, MeFWHEBREREERBMEFEMO F51E ) TiX, IDL AT I1QL & HIZIX, SIN=10
FEEOEMEEREH VD Z Ll osTWDH. £ 2-1 O LC/IMSIMS Il E S Tix, X 2-14 1278
T LBV, TBT 28 0.1 pg/L FE#E T SIN=10.7, TPT 7% 0.2 ug/L = #Ei% T SIN=8.6 ™ {3
BoNTEY, TAENOREOIERERZ IDL X IQL OB T A L7,

#2-210F, 0.1 ug/L @ TBT FEHER J% OV 0.2 ug/L @ TPT fZ#eik % 7 B4 0 K L 54T L T 15
DA BEM O, YRS, AR, IDLEACRIQLOBEHERRTH D, Z O E
5, IDLIZOWTIZTBT KN TPT & IC 01 pg/L A FOREE 155 Z L3 TE 7=, 1QL
{Z2WT % TBT : 0.070 pug/L, TPT: 0.14 pg/L OFENE SN TE Y, £ 2-1 OWESMET
EIRERERESNM VAR THLIZ ENRINT. F72, BV IELABROSHTREEICEL T,
TBT KO TPT M E OEEHBEEIL 10 WA T THY, HBEMEOSWREFRMREE/HDL Z &
MTET.
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+ MRM (291.00000 -> 173.00000)
Noise (PeakToPeak) = 35.00: SNR (10.163min) = 376.0

¢ 10,169 2

TBT : 0.1 nal—
S/N=10.7

+ MRM (351.00000 -> 197.00000)

w102 |Moise (PeakToPeak) = 33.00: SNR (8 54min) = 2836
5 ) -4 RRa 3
TPT : 0.2 21—

S/N=8.6

—

-
=TT

1 2 3 4 B 6 7 & % 1011 12 13 14
Counts vs, Acquisition Tirme (man)

2-14 TBT (0.1 pg/L) &V TPT (0.2 ug/L) BERIZEITRIBHEE—SD SIN L

£ 2-2 ASWEZICETSIDLEELT IQL

TBT TPT
Y ME (ng/L, n=7) 0.11 0.21
RERE 0.007 0.014
EBFRB(%) 6.3 6.8
IDL (ug/L) 0.027 0.054
IQL(ug/L) 0.070 0.14

67



2.

3.
ROGHHEDO R ~EH L7 H 6 0% &V KD O 5% % & ik
TERER L 72Kk 2 W72 iR B G ER 2 X 2-3 O 7 1 — IS REV FE i L 7=

2. #@K%ERT=50nE IR B

BT BT, [FEE
ek, wnE

IGERBRICHE ] L 72 KICHOWTIE, 77 v 73l s FE0i L, ¥ 2-15(a)~(d)IiZ " L& BV,
TBT XONTPT L HICIDLUFTHD Z &2 MERLE.
WNEN G ER (n=7) 1%, #E/K 1L IC TBT KON TPT AE#E S 2 Ing IR L CTHEHE L 723kt

ZAERL L, #Z 5 100 mL

B E 7 F R L TIT - 12

2-15(e)~ (h)i%, ¥R ANEI

BRCTHEOLNZSRM Z7a~ 77 ATHY, TBT, TPTROE Yo XX — FWE & b ICKHEY

P

27 L

EZTRVWEBIRE—27BIRTH - 72,

A=
x10 3 |+ MRM (291.00000 -> 179.00000) OrSN_Sample0.. | x10 3 |+ MRM (291.00000 -> 179.00000) OrSN_Sample0..
22 (a) TBT(RH € T) 3 27(e) TBT(1 pg/L) 3
1 i
Il
0 P VY T 1 Aty
x10 4 |+ MRM (318.00000 -> 190.00000) OrSN_Sample0.. | x10 4 |+ MRM (318.00000 -> 190.00000) OrSN_Sample0..
412 (b) TBT-d27(2.5 ng) 3l *2(f) TBT-d27(2.5 ng) 2
24 9
0 — 0
x10 2 |+ MRM (351.00000 -> 197.00000) OrSN_Sample0.. | x10 2 |+ MRM (351.00000 -> 197.00000) OrSN_Sample0..
2 © TPT(HRHEET) 2|, ]p@ TPT( pg/L) 3
24 24
et AN M) | Wil oty
x10 3 |+ MRM (366.00000 -> 202.00000) OrSN_Sample0.. | x10 3 |+ MRM (366.00000 -> 202.00000) OrSN_Sample0..
Jlo (@) TPT-d15(2.5 ng) 2| [l TPT-d15(2.5 ng .
4 4
24 24
0 0
1 2 34 56 7 8 9 101112 13 14 1 2 34 56 7 8 9 101112 13 14
Counts vs. Acquisition Time (min} Counts vs. Acquisition Time (min)
2-15 (a)~(d)IXBLERER (GEBXK) THLNI-SRM I AOT LTS L ; (e)~(h)IX, @K

FICTBT & TPTE#EZZ IngFMLEEHTEOAE-SRM Y AT TS A
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WA, 7 BElOBRMENGGRER CH O FRWRE, RMEEE, 2865k O #1772 %
F2-3ITRT. ZoORNDL, REEE Ing/lL OfEKREHIK LT, TBT O ¥ E A 1.00
ng/L (n=7 : WANENEE 100 %), TPT O EHREE A 1.01ng/L (n=7 : IRANENHE 101 %) O
MEMRHF LN TBY, BAREBMENRBRER 2GS LN TER. £, s —1
W O RMIENT LI DWW T, TBT 28 92.6 %, TPT 2889 9% CTH v, LFWHEBREE
EREMEEMO F51 &) DR RTHEHMIAN (50 %L 120 %L F) Tholz. &5IC,
R LB oOLZEBREICOVWTE, TBT 8 3.3%, TPTA 27%Th 0, MEAKREHIX L
THIBE L HBERE WS HIETH D Z L BHRTE 7.

ZOWRMEUGRBRAERICE T 5 EINE R OFHREICOWTRERERNG LN ZERN
LT, OEFOSETHEH SN FEERIMTEZEAM L2, oEIEOREN
Mz 8, OQREIOBRIUEZ @ % @ 1000 mL 2> 5 100 mL (298 5 L 7= 7= & il & 2 &
~ORMEDOIAFEBERMZONTZZERBEZLND.

= 2-3 AHMHiKICHE TS MDL & U MQL

TBT TPT
BL & ER(ng/L) N.D. N.D.
AMNEAREER : n=1(ng/L) 1.01 1.04
AMMEREE : n=2(ng/L) 0.97 1.03
AMmEREE : n=3(ng/L) 0.97 1.03
AE R ER : n=4(ng/L)) 0.97 1.02
A E R E : n=5(ng/L) 0.99 0.98
AnE IR ELER - n=6(ng/L) 1.01 1.02
AmEILEER - n=7(ng/L) 1.06 0.97
% i [2] 4R &L BR 15 {8 (ng/L) 1.00 1.01
RERE 0.0330 0.0269
EBRH 3.3% 2.7%
4Oy — FpEERE 92.6% 89.9%
MDL(ng/L) 0.13 0.10
MQL (ng/L) 0.33 0.27

XN.D.I&, RHEHTRIEUTZRT.
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2. 3. 3. PMAZBHTRERVEETRECHEH

2. 3. 2 T LZRMEUGABRORIER R EZEH LT, KoM miEoms b T RIE (U
T, MDL &%) KOVER TR (BLF, MQL &l8) OFEHZTV, TOMRZEK 2-3 (12
AU, ek, BEHICIE LR EREEEWREEEO T3 &) P2BRICUTOREMHE
ML

MDL : 5 A =t(n-1,0.05)xcx2

MQL : FHE KX =0x10

TIT, o SFEREE n Bl O Y R LIRIE R (R

t(n-1,0.05) : fGR=TL 5%, HHEE n-1 Ot (FME), n=7 DAL 1.9432

BHOME, MDLICSWTIX, TBT :0.13ng/L, TPT :0.10 ng/L D A28 % Z L N T
7. £/, MQLIZSWT%, TBT:0.33ng/L, TPT: 027 ng/L DHEHFEREBE LN TH
D, RX1TOWEFH CREEREESNMVARERTHDLIZ LN RINTE. ZORMBHEREND,
AOWIEDN, BB NCL o THRHFENTEZT T FARTEET b U 7 AFHEEKE-GC/MS
B (O AriER T IRME, TBT:0.18 ng/L (i b #a%kifE), TPT: 0.33 ng/L (ML HE))
UlLoBHBKELZFETHZ ENERTEE. £/, GCIMSIETRA STV D EMiZe T b
FxFARUBEFT ) U LARELEHNEFER LR ZER T D ENAIREERS2TZDT,
SSRTRER O NG L ERE Ok e LIcE 5 TE .

2. 4. F&O

KEIFEAT (WEAEHEH) ORY7TFAL 2R (TBT) BLIRKMY 7=, X (TPT)
WZOWT, FEEELELE LWRIEKZn~ NI T 7 40— /%07 NG &5 AT e
(LC/IMSIMS) FW 7= ENHTIEORFT 21T o772, BRETORE, TBT XX TPT 2 h
1 ng/L #AN L 7= ¥ K 30 0 B EBR T1d, TBT 2% 100 %, TPT 78 101 %D RN E %155 =
LR TE.

F o, RO HFIEOKRHRAMEIL, TBT 48 0.13 ng/L, TPT 28 0.10 ng/L T& - 7-.
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E3E LC/MS/MS &k BHKERKPDT=Y >
BE 53T E
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3. 1. #=
T=Ur (K31 X, Elcy L ¥ UFEET
LY T = VAR TA YT R— FOYEE ‘NPb
ThHDH44-AFLoT7=U OARKERLE LT
S A 0E Ay, Yekh, YLl = 235 (AR
A, EFEm%, RES, PG, FEs
B, BEA, XA, V=S LiEL< A
SHThG. E3-1 7= OEER
L, 72V BAA I a bokEEC LEnEEL R LEZ b YD) B
B TlE, KEEYMOREZ BRIWC L-HEREE (FREHME - ¥k 0.02 mg/L, ik 0.1
mg/L) WM E Y. F, KEAKICBONTY, ERHFEE & L THEM 0.02mg/L 23 7E
HDOENTEY, FASLHEAKPIZBTAZT =V VHEEEOEERFRENLELREHHTHD.
TV O FECOVWTIE, HAZ < b T7 4 —EDIR A~ 57 4
—IEESHED (LT, TGCIMSIE] LI R ERMF SN TE . BEEIL, BRERL
HoOT7T =V oWEOERESE LT, BE o BRG] & RER-RE 2 A R 72 [E A8 -GCIMS
ERALTWS ™ L LAans, ZoSFEICE, BiLEECHBEREICE LD Z &
THEMEO T =) UNHB L TCLE ) MBER DV, ATAHEREIC —EORENSLEERD.

=t l100mL
— pH1 1 IZEH?E

I— F=1)>-d5

[ #8 4 L

h

HSLEEK- B (BT FIL) - BiE

T T

GC/MS—SIMEI5E

X 3-2 EMfH#EH-GC/MSZEZIZKB 7Yoo oOo—
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TN 44~ 9300 (9270 ~ 83.70) 7=-11D

4000 9458
—_— -~ —A -~ )
T=UYy (BEEAF Y
2000
Tne—> 850 900 950 1000 1050 11,00 1150 1200 1250 1300 1350 1400 1450 1500 1550 1600 1650 1700 1750
INA IR 412 8500 (64.70 ~ 65.70). 7=-11.0
|
4000 -_ -~ & . )
7=Vr (EZBEAX>
954
2000 A
Tee-> 850 900 956 -bbo 1050 1100 1150 1200 1250 1300 1350 1400 1450 1500 1550 1600 1650 1700 1250
TN A 447 9800 (97.70 ~ 98.70): 7=-11D
954
200000, U J_

100000|

Tme--> 850 900 950 1000 1050 1100 1150 1200 1250 1300 1350 1400 1450 1500 1550 1600 1650 1700 50 |
PRI it laeoo(|357o~|:o7on -11D

x| NEBREME

20000001

1000000

fime—> 850 900 950 1000 1050 1100 1150 1200 1250 1300 1350 1400 1450 1500 1550 1600 1650 1700 1750

®3-2 GC/IMSEICKDTFT-YVEERDIDT LTS A

7n"/‘% 412 9300 (92.70 ~ 93.70): 7=-19D
7=V (BREAF V)

Wa&.‘\-‘.\ e Sttt ining an I

500

ime—> 900 1000 1100 1200 1300 1400 1500 1600 1700 1800 1000 2000 2100 2200 2300
TRAIX 147 6500 (64.70 ~ 65.70% 7=-19D
15000 = -~
| X =
5000
Tme—> 900 1000 1100 1200 1300 1400 1500 1000 1700 1800 1000 2000 2100 3200 2300
INIIR 4% 9800 (9770 ~ 98.70% 7=-190

1y |

7 =1 >-db

2000 ” 955 '

N |
|\ o WA N W, Ir-" WA A A e ',I'I’ N T ;\'-.v‘n‘.‘-? l
Time—> 900 |000 11.00 1200 1300 NW 15,00 17.00 'ﬁw |900 2000 2100 2200 1300
NI F 13800 13570 ~ 13870, F160
1305

i 1 NBREYE

10000,
Time—> 900 1000 11,00 1200 1300 1400 1500 16,00 17.00 18,00 1900 2000 2100 2200 2300

® 3-3 GC/MSRICKBAERMODIDOT NI S L (HEK)

A, GCIMSIEL D bRERE ELHMEOE WS FIEE LT, ke~ 757 4
— % T ARVEEGNE (LLF, TLC/IMSIMS k) EBg) BNEH IR TW5bH. LC/IMS/MS
X, GCIMSEE B LT, MIER SN Z N L, MERENEmN &, Kk % E
BWREBICEATEDIREDELLOMAEATS. 20k, ZhETIC, ~afFm °9,
f2 38 ”), A2 X P PFOSIPFOA (HH#~7 v #ikaw) ™, LAS (o 4 v R iEMEHA)
Wi Bk x RIEHIZHOWT, LC/IMSIMS & W= ERRFE STV 5.

L22L, LCIMSIMS BiZ= L 7 hu AT b —AF b EOAF L REHHT D20
BREO~ M) v A (RERMEH) 2E80REBPoBREIE, @A 4 1 bxi7o 2
MTERN., 2O, EERIFTOD FEaek (FFiciEK) % LC/IMS/MS & (& |2 B
BIEAT L ZLIFE LN &0 s, RN REZ V72 LC/MSIMS 14 O B 5 3B~ 0 i
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MIZET 28EIXIZEALE R,

Z ZCARWNIIETIE, GCIMS % W7z /il TIR(ET 2 i g &b fk 2 B 191,
LC/MSIMS ik & [RINL A A Bk 2 A 7z AGE JFE K (MK SR Z2EH) o7 =Y Vg
SOOI EATSTeOTHET D, ks, ROWIEOEE FRMEE, 2pg/L (FEEHED 10
FD1) #EMEE L.
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3. 2. A&

3. 2. 1. &%

1)7 =V FEYER (1000 mg/L) : FRGHlise T 3487 = U L fmUE N, 100 mg 2 A % /) — )b
T100mLICERE L.

M EARIERA T = U U EE#EHE (0.0 5~2 mg/L) : 7=V UEHJFHK 1 mL % Mill-Q KT
100 mMLIZER E L. Z0%, o~ Mill-Q /KT 0.05 ~2 mg/L #iPHIZ72 5 L 512 6 B
AR L.

3)7 =V 2-2,3,45,6-d5 fEAEFK (100 mg/L : LLF, 7=V >-d5] L W) : Fuoehisk T3
T =V -d5 AEHESL 10 mg 2 A ¥/ — LT 100 ML IZER & L.

OB EH  BEVHICHWIZEERR T v = U AT RO TR R RS R E, T F=h
UVITIEE R PR LCIMS ot A2 L7c. £70, FFRUKIZIE, Mill-Q KAZfEH L
7.

3. 2. 2. LC/IMS/IMS IR & D H®E L

AR EOBFHT AV 72 LCIMSIMS JIlE S 2 & 1 1287,

LC/MS/MS #£7& o> LC #5i2 X Agilent 8 1260, MS/MS #1213 Agilent #-5 6460 % fi A
L.

SyBES T AIZ0E, GL YA = 2B InertSustain C18 2.1x150 mm(3 um) & £ f L 7.
BEMHICE, AVL%XMEH 05 mMMEER T =T AKIBKE B: 72 h=FU L EMHEH
L, AB=95:507 4 Y777 ¢y ZHEEL L. WWiElX 0.2 mL/min TH Y, HEAREIX
20uL ThHh oo, WEEEDE IZIX, 7=V v-d5 (huar— WE) #H\i-.

MS/MS & DI E S 1%, 7 = IO T O Lo RO &R L. JEE
— RN ESI £ (positive), Fragment &JEix, 7 =Y > :30V, 7=V »-d5:100 V & L 7.
723, MSIMS & DRI E Sk o Fdfbid, LT OIE THRE 21T - 72,

i) Fuh—YasFro®E

LC/MS/MS JIE D 7= DFEFMZ BRF+ 2121k, BT =V v Of#ER 7Y I —%

AF L ERFTTHILENRD L. 2O, 7=V VEAEFK Z Mill-Q /K T 10 mg/L (2 4

WL7e7 =V UK 1 uL & LC/MS/MS 2@ (IZVEA L, 7V 1 —H% A 4 D MS-SCAN

WEZAT > T2

i) Fo¥ o b F 0 DRE

AKOWIETHRAT I 2RER T u X7 b A ERiTT 5720, 10 mglL D7 =1 4=
Yeig (Mill-Q k) 1 puL % LC/IMS/IMS 3 & (2 AL, Fu & 7 hA 4 -SCAN HIE %17
-7z
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% 3-1 LC/MS/MS BIEF#

RE s

LC EE Agilent1260HPLC
DA T L GL Sciences Inersustain C18 2.1x150 mm(3 pm)
ASLERE 40 °C
BEIHE A 0.5 MM HCOONH,4/H,0(Containing 0.1 % formic acid)
BEMEB Acetonitrile
EEtE A:B = 955
= 0.2 mL/min
AR 20 pL

MS/MS % & Agilent 6460
474 ik ESI(positive)
Fragment & E Aniline (30 V), Aniline-d5 (100 V)
EEA A > (m/z) Aniline: 94 > 77 (Collision voltage : 20 V)

Aniline-d5 : 99 > 54 (Collision voltage : 35 V)
HEE A F > (miz) Aniline : 94 > 51 (Collision voltage : 35 V)
3. 2. 3. RER (EREOER) TUICEBRH, TETHREXRVF RSDORH

# 1O LCIMSIMS HIE&ETHEONET =Y U EERER O BEH (0.05~2.0ug/L) O EHR

PEEFEMi L7, F£72, 0.05pg/lL O 7 =V U AEUER & 7 [0 R LHIE L, R, 12 YR
% (o), EE®ETFMRME (106) R NRSD (PHTHEE) #EH L.
3. 2. 4. BHHOAMOEZE

RELORTLEY, LLTFTO LBV ICiTo (X 3-4 21R).

B2 MK T 20 AN L7cth, 7 A2 mL AT I mLERERL, e b—h
WE (7=1>-d5:100pug/L) Z~A 272 bt~y hTI0puL M LR L7- b 0 %2 R Bk
L=, BohnslBikix, £ 1I1C/RL7E LCIMSIMS JlIESRETT =Y v OERBSIT 21T -
7.

BB, REBRICOVTL, PORM LT =V VHEEEREZ 2mL N1 7L I mLERE L,
Yo — N PEE~A 27Xy hTIOUL ML CERLZL DO ZHEE L.
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AR ImLZ BRI /K T20(FIZHR

1mLEFEE
HSZRINATIL
10uL F=1)>-d5
(100 1 g/L)
(A2/)—)IL)
LC/MS/MS;HIE

B 3-4 LC/MS/IMSIC&KBF7=-UVAESITORMWE Y O—

3. 2. 5. FmMERHAR

ROWTED, k&4 72 KB RAKRREE (IR EWEAK) 12BN THEE REIRENG LD
MEMRT D720, 2.2 KO 2.3 ORIE M TIHRMENGRER (7 0f1Tx2 [8]) 217> 7. 728,
WNEINGBRIC H WL, T LB Iz L 2.

2000 mg/L ® 7 =V ARHERE 1 mL Z Ik (i E )1 R OWEK (F895) % H v T 1000
MLICHR LZRBREZ2 A WE., o LR, 7=U 234 2.0 ug/L (F&#HE
D 1/10) FET 5.
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3. 3. HRRUEER

3. 8. 1. LC/IMS/IMS AIER& ¥ DB

3. 3. 1. 1. FUuh—H4A4F > OREL

4 3-5 X 3-6121%, 7=V KO T7 =V »-d5 ® MS-SCAN M| i£ (2 TKRY T 4 7 F—
R) ko THELNTIZ MS AT v ZEpRLlc, ZORNE MS A7 ML THIE ST
FRESEHORGBENEH AL 0L, 7=V :m/z94, 7=V >-d5: m/z95 ThH -
. INLDAXT hATHRIHENTEE—=27 0 mizix, 7=U kR 7 =Y »-d5 D[M[4
FEFICHE T2 200, MENEWEERT 50 FIC ARSI L LMOB 4>
ThdrEEZLN, TV =V A F L M)OEEE L CTRETH D LKL,

x10 5 |+ESI| Scan (0.332 min) Frag=40.0V ANIRIN_10PPM_P94_col40V_16.d

2.8+
264 59.3000

- FT=1) 2 M+

2.2+

94 2000
1.8

1.6+ l
1.4+
1.2

116.2000

0.8+
064

044 77.2000

024 64 2000 58.1000
74.3000

100.1000 107.1000

50 55 60 65 70 75 80 85 50 85 100 105 110 115 120
Counts vs. Mass-to-Charge (m/z)

Bl 3-5 7= VEERED SCANARY FILIZLEDB MSARY kL

x10 6 |+ESI Scan (0.364 min) Frag=100.0V ANIRIN_D5_10PPM_SCAN_04.d

5] 0.2000 7 =) 2-db : M+l

6.5
5.5
454

3.5

2.57 130.2000

1.5+ 111.2000

82.2000

137.2000
0.5 _,ﬂ 123.2000

T T T T T T T T T T T T T T T T T T T T T
50 55 60 65 70 75 a0 85 90 95 100 105 110 115 120 125 130 135 140 145 150
Counts vs. Mass-to-Charge (m/z)

B3-6 7= >2-dsiEHKD SCAN ARY MLIZEK B MSARSY kL
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w2, 7=V k7 =0 -d5 7Y B—H% A F 2 OHIERE & Fragment & E O B tR
X 3-7TIZmR LT,

CONE, 7=V DS I—H A F 2 ORIEREIL, Fragment EJE A 30V O I E S
R bE»olz. —F, 7=U2-d5s O7 U I —H% A 4> ORI EMREIL, Fragment &L
23 100V ORI ERMED e b s o 72

Abundanc

18,006° 12

16,000 — [ I
14,000 M~
12,000 —
10,000 _
8,000
6,000

4,000
2,000 l |_“
o MLl || mEEE

10 20 30 40 50 60 70 80 90 100 110 120 130 140 150 160

Fragment voltage/V

B3-7 FUh—HYA4F> (F=Yv 7= -d5) ORIEEEE Fragment BE &
DR a7V OREEREZRL, o7V 2VOAEREZTT

3. 3. 1. 2. F7a¥ Yy r4F o DBREE

X 3-8 X N39Ci%, 7=V v k7T =U>r-dsDF Xy kA4 SCAN JIEIC L V5
BT MS A7 ML ThDH. TN, 7=U 5>\ TIX m/lz 77 X m/z 51
DT AT UPRRESIN, 7=V -d5iZ o0 TiEm/iz82 kUIm/z54 D7 a XU K
AACRBES . COMESEX, 7=V 07U h—F A4 (M]':m/z94 ) 73,
Collision Cell NICB W TEFE ST LE2Z L, [M-(NH)]" (m/z77) ots&Es2H+ 570 sy
KA A2 E[M- (NHy)- (CoHL)]" (m/z 51) OfEEFET 270X 7 A A BRERLIZZ L
L TW5D.
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x10 & |+ESI Product lon:1 (0.412 min) Frag=50.0V CID@40.0 (94.0000 -> **) ANIRIN_10PPM_MRSCAN_12.d

14 51.3000
77.1000
0 .
x10 & |+ESI Product lon:2 (0.414 min) Frag=50.0V CID@35.0 (94.0000 -> **) ANIRIN_10PPM_MRSCAN_12.d
14 51.2000 7 2000
93.1000

x10 & |+ESI Product lon:3 (0.415 min) Frag=50.0V CID@30.0 (94.0000 -> **) ANIRIN_10PPM_MRSCAN_12.d
14 51.2000 77.2000

x10 & |+ESI Product lon:4 (0.417 min) Frag=50.0V CID@25.0 (94.0000 -> **) ANIRIN_10PPM_MRSCAN_12.d

77.4000

14 51.2000
94.1000

o A *

40 45 50 55 60 65 70 75 80 85 90 95 100 105 110
Counts vs. Mass-to-Charge (m/z)

K3-8 7Y UEBEZEDTOFY) A4 A2 SCANBIEIZED MSARY ML

x10 & |+ESI Product lon:1 (0.351 min) Frag=100.0V CID@40.0 (99.0000 -> **) ANIRIN_d5_10PPM_MRSCAN_07.d

44 54.2000
2 82.2000
ol »*
x10 6 |+ESI Product lon:2 (0.352 min) Frag=100.0v CID@35.0 (99.0000 -> **) ANIRIN_d5_10PPM_MRSCAN_07.d
4 54.2000
82.2000
21 99.1000
ol »
x10 6 |+ESI Product lon:3 (0.354 min) Frag=100.0v CID@30.0 (99.0000 -> **) ANIRIN_d5_10PPM_MRSCAN_07.d
54.2000 82.2000
21 99.2000
ol *
x10 6 |+ESI Product lon:4 (0.355 min) Frag=100.0v CID@25.0 (99.0000 -> **) ANIRIN_d5_10PPM_MRSCAN_07.d
5 82.2000
54.2000 99.2000
ol N *

30 35 40 45 50 55 80 65 70 75 80 8 90 95 100 105 110 115 120
Counts vs. Mass-to-Charge (m/z)

K3-9 Z7-Y-dsBEFDODTOLY A4 A > SCANBIEIZE D MSARY ML

WIZ, 7=V vro7raX s A4 O5iE7Z Collision Cell EJEDMF 21T > 7.

3-10 121, 7=V vo7Ta Xy b A (mlz94>77, miz 94>51) O J E R E & Collision
Cell EBEEDORARZRLI. ZOMMNG, X7 bAoAy (mlz 94>77) O & 8 E I,
Collision Cell LA 20V OWE SN, T wu X7 A4 (mlz 94>51) O E R E X,
Collision Cell & JE 7% 35V O W E RN K S @ o Tz,

83



Measured intensity of aniline

100%
90% A
80% A
70% A
60% -
50% A
40% -
30% -
20% +-
10% -

0% -

10 15 20 25 30 35 40
Collision voltage (V)

B MRM : 94==77 BMRM : 94=>51

K3-10 ZF=J>on7a%8y b4 RIFEKRE E Collision Cell EED B

72%, fiEAb L7z Collision Cell EESMFTT =V U HEHEHL (0.05 mg/L) % SMR HIE L
AR DR Y —27 ® SIN i, K 3-111Z/7 L72i@ Y, m/z94>77 ® SMR 7 u ~
F27'Z 2 (SINE :104) XD miz 94551  SMR 7 1~ K7 7 A (SIN Lt : 20.5) ©J5
NE o T,

—J7, 7=V ERIFMLHEAK (2.0 ug/L) @ miz 94>77 K T m/z 94>51 @ SRM 7 1 <~
7T AEK 312127, ZOMMNEL, mliz 94>51 O SRM 7 v~ k7 7 A%, mlz 94>77
D SRM 7o~ 7 Z Ltk L T, 7=V o —7HBfEICHKTEDEICL2BEY
— OB EZ T TNDLI ENnbhol.

DY, T=UUDOERA ST, SIN HITEWRIEGFEYE O EE N DI miz
94>77 D SRM 7 m~ N Z hxHMHT L LI Lz,

84



+ES| MRM Frag=30.0V CID@35.0 (94.0000 -= 51.0000) R-STD0147-r003.d
x10 3 |Noise (PeakToPeak) = 129.36; SNR (3.3/5min) = 20.5

a3y *3.B75 2
2.5+
2
1.5+

14

+ES|I MRM Frag=30.0V CID@20.0 (94.0000 -= 77.0000) R-STD0147-r003.d
x10 3 |Noise (PeakToPeak) = 354.84; SNR (3.392min) = 104

J2 * 3392 2
5_
4_
3_
2
1
1 1 1 1 1 1 1 1 1 1 1
1 2 3 4 5 6 7 8 9 10 11

Counts vs. Acquisition Time (min)

B3-11 7= UE#EH&E (0.05mg/L) ® SMRBAIEIZEHABHEE—S D SIN K

x10 3 |+ESI MRM Frag=30.0V CID@&?35.0 (94.0000 -> 51.0000) R-sample0018.d
| 2

*3.375

o

x10 3 |+ESI MRM Frag=30.0V CID@&20.0 (94.0000 -> 77.0000) R-sample0018.d
| 2

64 *3.375

1 2 3 4 5 6 7 8 9 10 11
Counts vs. Acquisition Time (min)

K312 7)) UBERIMENEARD SRM YO TS L (BH : &K)
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8. 8. 2. 7ZUV-d5sORNFEEPE~DEEE

TR, AoWETHEEEDE L LERNZBRFLTWDS 7 =1 »-d5 ®
TV =V AL, MEMNRTHDLT =V DTV =P A4 ORENE B % %6
o L7z (K 3-10 2 8) . BRI, 7=V 07U I —H A 4 O E5E 1L, Fragment
WEN 30V ORERKRLEMN-T2, 7=V r-d5s OF VI —H A4 > O EHRE T
Fragment EJE2 100 V OB b @& oo 7=

Z DO Fragment EEDEWE, 7=V DSV =Y A FE, 7=V -d5 DT
V=Y A F bl rL, 7797207 —varva BRI LT ALEDTD, H
Fragment & & CIX[M+1] Y T -7 2T 52 L3 LW =D EEZBND. 2
hix, 7=V -ds ICFET 2 DIRFIE, HIRFO 20 EEZFSTD, 5 TFHOERE
RIGR 7 I T AT = arRERBIVICKWEDEHNER YD, o), 7=V
Y-d5 O V=V A F L, T2V OV I—HAF LV HEELTWVDHED, &
VN Fragment EIE CHLZE L TA AU BAEKI N, WEBENES Kol EZxbb.
Fz, 7=V KT =V r-ds D7 aX s hAF DA TR KO Collision Cell &+
WHOWTIHRICEBEBZ R L. 612, MESNLET=V K07 =Y r-d5s OUTF
3 H AN, K313 T/RLEZ@EY, F4E 4 3.358 min & 3.291 min & XX UIRFF
RFHCTHRELTERY, LCHBRUEBZ RS I ERERTE .

Dbz btinn, 7=V r-dsix, 7V B —H% A4 D Fragment L% k35 2 &
T, 7= 007V A=A F L ERILCZHZRT LD ICHERMETHY, NEEEDE
(7 — b E) L L THEMAETH D &L,

x10; +ESI MRM Frag=30.0V CID@35.0 (94.0000 == 51.0000) a-STD0005 d
F=UY (EBA44>Y) 7
a4
34
2,
1,
0,
x10 4 |+ESI MRM Frag=30.0V CID@20.0 (94.0000 -> 77.0000) a-STD0005.d
FZUL (RBAAY)
11
0.8
0.6
0.4
02
ol
%10 4 |+ESIMRM Frag=230.0V CID@35.0 (99.0000 -> 54.0000) a-STD0005.d 7 =1 > —d5
e <3291 -7 A 2
1,
075
0.5
0.251
o-
o5 1 15 2 25 3 35 4 45 5 55 6 65 7 75 & 85 © 95 10 105 11 115

Counts vs. Acquisition Time (min)

B3-13 Z=UURU7=Y -d5RER (0.5mg/L) DSMRY O TS A
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3. 3. 3. RER (E&M) ETETHRERVU RSD(AETHEE)

# 3-1 D LC/IMSIMS I EStECTELNEZT =V VEEROKRER (0.05 ~2.0 ug/L) @
RERZK 8 IR LE. ZOXML, R LZREROEMEBEMREN 0999 LLETHY,
BFAREREEZAELTWVWD Z L BERTE -

WIZ, 0.05 pg/L o7 =V UEHEREZE VIR LHE L TR LN EYME, EERFEE (o),
R TR (100) X RSD (HTHE) K 3-2 [ZRT. Z0ORNL, 7=V O¥Y
1% 0.052 pg/L, RSD 28 6.1 % TH YV, FFEICRUGRMERIB/ONI. £, KOoWED
7= odEER FRE (106) X 0.032 ug/L Th - 7=.

anilin - 6 Levels, 6 Levels Used, 6 Points, 6 Points Used, 0 QCs
164y =0.741247 * x + 0.010744

R*2 = 0.99978667

1.59 Type:Linear, Origin:lgnore, Weight:None

1.4+
1.3
1.2
1.1
14
0.9
0.8
0.7
0.6
0.5
0.4
0.3
0.2
0.1
0,
-0.1-

Relative Responses

01 0 01 02 03 04 05 06 07 08 09 1 11 12 13 14 15 16 17 18 19 2 21
Relative Concentration

3-13 Z7-UCOBREREEHRME (0.05 ~2.0 ug/L)

£3-2 FUYUUELEEREBRELATICLS2H(E, BE£RFEE, TETRERT RSD
FHE (ug/L) BEREZE (o) HEETETRME (100) RSD(%)

0.052 0.0032 0.032 6.1

BE: 72V UBREREE ; 0.05ug/L
E:#RYELBIE; n=7
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3. 3. 4. XOMEICIIBREEHAOFMENABRBER L GC/MSEEDHEK

#3321, 7=V 24 2.0 pg/L FEEHE D 1/10) RIEICR D X O IZHN L 2B 823K
B (K B OEK) 2 AWV CHEME L7 RIIERER (7 fFfTx2[0]) OfER %2R L7Z.

ZORNL,NIKIZE T 27 =V »OEULEHEA 100.3 ~101.6 %, RSD 7% 6.15 ~6.31 %
CHEFICRFRBINARRERENEONT. £, HEALYOEARIEVEAREIZE WL
Tb, [AIULHEA 98.5 ~103.4 %, RSD 7% 3.91 ~4.49 %L HAF R RN STz,

E/ 3-14 K OY 3-15 121F, WKL OMEKIZT =V &2 L2 oflE TH 5
nie SRM Z7u~ I 8% L. ZRUHOMML, 7=V yOREICHEFEL KIET X
HMILTFEYWEOE— 7 3B ST, BREOEHVWEG R E— 7 BRBE LT,

2%, WK No.l OBEREENSHE M L E= FR (10xS/N) 1 0.83ug/L THY, H
BED S HEE & FIRIE 2 pg/ll 2372 L Tz,

PLbEDZ Linb, RoHriEs 0.001 mg/L #E (FE#HED 1/20) &7 =V > 3 E Al H2 T
HY, BEAOERE (FMEME-GCIMSIE) TRENTWS T =Y O ER FRHE 0.002
mo/L #2E (FEEHE O 1/10) L RIZEU EOMREEZAET D5 2 EDRMERTE . £72, RoWriE
W, WEREOGEHEENEWVIEAKREICEBWTY, SEVEORELZ T TIC R TR
HOBONEERSHVARETHDLZ EE2RTIENTE.

ROSWEIE, BEES OERE (EHEMHE-GCIMS) &l LT, fEEREH L L TH 3 K
BREESHEMMHE TRE2ER TELIE00, 7=V UONEE O KIE AR Gsi{b 2 7] fg
Elhpode. Fio, ROWER, EHEME CREALZEIKATRER D, EHEME-GC/IMS 5 T
LR oleT7 =) COMBUZHES MERMRDOBRELZMAD I LLAIETH D.

®3-3 REMICHTIBFEMEINEARER CGTIIKERVEK : n=7, 2BRE)

Eg AMBE n B ERE [EUN 3 (%) RSD(%)
BL 2 ND - -
A 7K (No.1)
2.0 pg/L 7 2.03 pg/L 101.6 6.15
BL 2 ND - -
17K (No.2)
2.0 pg/L 7 2.01 pg/L 100.3 6.31
BL 2 ND - -
@K (No.1)
2.0 pg/L 7 2.07 pg/L 103.4 3.91
BL 2 ND - -
@K (No.2)
2.0 pg/L 7 1.97 pg/L 98.5 4.49
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x10 3 |+ESI MRM Frag=30.0V CID@35.0 (94.0000 -> 51.0000) a-sample0005.d
542
4
3
5
14

*3.358

x10 3 |+ESI MRM Frag=30.0V CID@20.0 (94.0000 -= 77.0000) a-sample0005.d
5412

4 *3.342

T

x10 4 |+ESI MRM Frag=30.0V CID@35.0 (99.0000 -> 54.0000) a-sample0005.d
2 *3.291

05 1 15 2 25 3 35 4 45 5 55 6 65 7 75 8 85 9 95 10 105 11
Counts vs. Acquisition Time (min)

H3-14 HFmEWRRBRTEONAESRM YO TS LA GAJIIK ; 2.0 pg/L)

11.5

%10 2 |+ESIMRM Frag=30.0V CID@35.0 (94.0000 > 51.0000) a-sample0014 d
2542

154 *3.342

x10 2 |+ESI MRM Frag=30.0V CID@20.0 (94.0000 = 77.0000) a-sample0014 .d
2 *3.358

x10 4 |+ESI MRM Frag=30.0V CID@35.0 (99.0000 -= 54.0000) a-sample0014.d
1.54|2 *3.201
1.25+
‘l -
0.751
0.5
0.254

05 1 15 2 25 3 35 4 45 5 55 6 65 7 75 & 85 9 95 10 105 11
Counts vs. Acquisition Time (min)

3-15 FMERFABTHEONAESRM Y OTFSSL (8K ; 2.0 pg/L)
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3. 4. F&&

LC/MS/MS 218 % H W\ TARBEJRAKH (AR ZONAK) O7 =V Gl o ik o et %

TWELRTZHmAZ U TICZRT.

1) ROHEICE T 27 =Y VIEERO R EMRIL, 0.05 ~2 pg/L O P C R 4T 7 H
PSS 41, 0.05 ug/L REMEAEW O RSD (JHTHE) 13, 6.1 %E BlFTho72. £,
AR HT kO E & FIRAIL 0.032 ug/L Th - 7=.

2) K e QMoK o M ENGEER (7 §F17x2 B]) (28T, BN 98.5 ~103.4 %,
RSD 7% 3.91 ~4.49 %L IEHICBAFRFE RN GE LN, Ao ENRERETOT =V 45
i LTHEDTHD Z EDRERTE .

3) AHriED 0.001 mg/L #EE (GEEHMED 1/200 O 7 =V U NHUEAETH Y, BEHD
Hoeik (B -GCIMS L) TRENTWDL T =V »OE & FIRE 0.002 mg/L & (15
BHE D 1/10) L RI%HLU Lot E A T25 2 L NERTE 2.

4), KOWIEDR, WERLEOEHEENEOVEKREHIBWNTY, FEWEORELZ T T
IR CERHFI OB WVERBSTN AR THLIZLERT I ENTE.

5) AHHEIX, BREEA OERE (EMHMH-GCIMS i) Ll L <, EERMELTKH 3
REEIRR B A EMME TRZ2EAK CE 52800, 7=V Yo E¥Eo KiF 722 B b
WARR & R o fe. Fi7z, AROWEE, BEMMHETRA2EEERRZD, EMHEHMEH-GC/MS
ETHEE R >77 =) COBHICHESRERROBRZEZMZ D2 bR E o7z,

6) AROMTIEOKF THW - LCIMSIMS 12 X 2 A ARARIEIE, AKBJRAKSCBEREREH o
AEMEOSHIIIGHTE, KRBT OREYEZ R ENPOEMRIZOHT T 52 L&A ATHE
BRELRFTETHD.
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11) /pARESL, ARHSEE, xR Eek, LHERBEW KEKFOALI ) 7200 - D7
Uy kN7 a— | LCIMSIMS —F ik o Bt fli, BREEM T2, 28(2),
117-125(2015).

12) LC/IMSIMS IZ X BMAKT O N Y TFAAZXRKRREY 7 = =)L A X55H - H)IIEE, &
A OH, BN TE, BB, 42(3), 175-182(2013).

13) Perfluorooctane sulfonate concentrations in surface water in Japan : N. Saito, K. Sasaki, K.
Nakatome, K. Harada, T. Yosinaga and A. Koizumi, A. Environmental Contamination and

91



Toxicology, 45, 149-158(2003).

14) HET VXN B 2R KON O ORE T R T SR 59 541K 12,
<http://www.env.go.jp/kijun/wt_al2.html/>, (Z M 2017.08.17).

15) J. Matsuo, Chemical education, 61(5), 244-247(2013).

92



93



B4FE RBREVMEZRAVELC/MNS/MSI2ED
KEKFPDIEAF 2 REFEFSFE
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4. 1. ¥E

Pad F o RmiEHR (LR  BE#ET AR AN E U 2 LR T MY 7o LU FILAS)
EWg) I, ACEKEEUEIEE (FEYEM  02mg/L LI F) VTH Y, TRk 15 EEE A &
TR 261 BORIEE 24 (LLF, TERE) LK) 2B nT, EMEMH-mEEER7 o< b
I 7ETRHETDEEDLNTND.

H
H3C— (CHy)——C—(CHy)x—CHs

X

\ j+k=7~11

~
O3X

B4-1 BEEZILIILRVEBURALKRUVBFTF RN DLOEER

EORIEL, BEMHMHIIC ORI EZREL CHEOALERBRERO —EREmEIRE 7 7~
2757 (LLTF, THPLC) &%) ICHEAL, TIUANRUCB U ALK EET Y 7L (LLT,
[LAS-C10] L B8), "o F I A_o B 2R BT U 7o (BUF, TLAS-C11) &%),
RTZFI NN BANVE BT Y v (BLF, TLAS-C12) &), FUT IR B
AR BT MU 7 A (BLF, TLAS-C13) L) ROYT KT TV NARUB U A)VK T
FU DA (LLF, TLAS-Cl4) &%) ZXIZWE L L THL, #etiss (kR 221
nm, X E 284nm) THRIEL, TRThOBREOAHEZEA A RmIEERIEE & L
THHT 2D THS. HPLC O BESRIFIC & » TiE, BlEd 2w E N ER T 5 |,
AEAFICENAED & 2 WHE SN GFEE L TH LAS ORFIHH L — R LEBA, Ba A
REIEERE L CEBTL2B8EMALNH L. LrL, ERETIE, B4 RmiEtks s L
TR SN EOMRITIENBE I TR,

PAR, KEKRRBEEEAKTOEENE O SHTIERSE CTIE, M GEO@IE(LE R LT
LA, Wik7a~ N7 7715 07 KBRUE R HTRE (BLF, TLC/IMSIMS) &) A &
o ENEZW. 2L, LCIMSIMS kONEIE 7 v~ b7 7 7 "B &5 8Tt (BLT, TLC/IMS)
EWE) 1Tk, KRB EEHEAR e CICERESTICEBEEBEICEATE S Z LD EMh
72 ST K DATLBAERE DB ATRE L 72 0, ST IRER O BLAEC 43 HT = 2 -~ O HIELAS 7T g
W72 B ThD. £7, LCIMSIMS (X, LC/IMS &bl LC, HIEWE ~ORRENEN
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THRY, ABZRME - BRLAS CHEEHBU T2ESICHETE2HA08L 00 HE A
THhbH. ZDOYH, LCIMSIMS 1x, ~ufEig 2% PFOS - PFOA (Hi%~ v FLEWE)
O, HHEA XY, IR0 LASY R CEkx RIEE OSHTEICRB S, #ER b <
T5.

2T, —HHHAEALERKEEREHSICHREBIN TV IHREIKRERFNZAS
(ZE M=, JIlnEFe, THEER, 1387, LmEE, HIEE, U, [E82)
LE) T, ERETRA A CREEEFSREHSNTSEOMRITEL LT, LC/IMS ©
BWHIZOWTHRF LI EZ A, BEMEMBICX2EMBEZEARKL THLERELFEL Lo
BIRMERGEONEZE2WME L™, LoLAans, Z0#%, LCIMS & HIVv Tk~ 722 itk
ZHOWTHREFZIT o IofEF, 5 O & W KBRS HMEY O 2 V0 IKEFKIZE W TE, K 4-2
WWRLEEERY, HLASORINFKET (A AT Lbyiay) BERINTL.

x10 4 |-ESI TIC MRM (** -> **) D-ABS_STD0004.d *E;i:& (ﬁﬂ*)
7 I
P

2

] c8-LAS«—— CIO0-LAS

169 C11-LAS
147 — CG12-LAS

1.2+ f—‘

4 = C13-LAS

0.3 [ | C14-LAS

(** -> **) D-ABS_Sample00023.d sk (EEBOMg/L)z
1:6— ﬁﬂigﬁﬁoﬂf_ﬁ? (4'71'3/‘U'jl/“ :/El :/)

1 2 a 4 5 6 7 8 9 10 1 12 13 14
Counts vs. Acquisition Time {(min)

X 4-2 LC/MS/IMS kICXBBELASDA A TLyay

DY, KW TIE, LCIMSIMS L A4 F o3 7L vy rarOfiiENAEE 2N EYEY

B2 AW AKEKTOREA & REiEEA O SE (BLF, TRSHIE] &) 2L LT
DTHETS.
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4. 2. BARAE

4. 2. 1. RE

1) LAS R & A5 M8 UK < O #li 38 T3 th 8 oo [ o A4 o St i T P A0 A ME K (LAS-C10, LAS-C11,
LAS-C12, LAS-C13 }x UF LAS-C14 O % 1.0 mg/mL @ A & / — VIRHK) ZMHH L.

2) IREWNEEERR - NEEEEWE X, FSMBE T (RO A 7 FA R B U ALK
T hU DA (LT, TLAS-C8) &%) fE¥EW (R 1.0mg/mL : A % /) —ViEHK) &7 ¥
NRB 2R BT B A (BUF, TLAS(C'Y)-C12) & W) 2 ¥ ik (2 £ 10 pg/mL :
AR = NVER)EER L., £/, IRENEEERIL, LAS-C8 WHEIE MWK &
LAS(C13)-C12 W% #E iR % 4 2 500 pg/L IR EEIC 2 2 K H I A % / — LV CTIREMAR L TH
L7,

3) BENHA - WEIR T > = U LR T AL REAER A 2, 7 b= b U LI IT B AL
PR LC/MS ST AR L. £/, BRKICIE, Mill-Q kZ6H L.

4. 2. 2. HBRBEORR

RBREOMFEL, UTOLBVICITo7 (K43 K1V 4-4 BH).

At EZ LC/IMS/IMS IE R AT 7 A8 2 mL /34 7L I mL B, AN %R (500
Mg/lL) Z~vA 7T U TI0ULIRMLER L b 2R BRI E L.

B, MEMREMRAEERIC OV T, TORBEKCTHELZRERIERM LAS RAE
YEHE (45 LASEFE 1 4.0 ~40 pg/L) Z 2 mL XA 7/ 1 mLERER L, JBENEE UK %
~A 70 Y Y TI0PL ML TEA L THBL L 72 (NSRRI EE © 5.0 ug/L).

H 4-3 HERARHEORKKR
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¥ (OKEK) . LASEESE R (FBERLK)

¢

HIRB/NATILIZHR—IILERYFTImLIEER

¢

REPIEEME (B50ug/L: A% /—)L)ZE10 p i

-

LC/MS/MSHIE

K 4-4 HEREOHAH IO —F
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4. 2. 3. LC/MS/MS fIE&#&

Ko HriEOBFHZH W72 LCIMS/IMS I 7E G 2 & 4-1 1277 . LC/MS/IMS @ LC 1T iX
Agilent 11! 1260, MS/MS %52 1% Agilent #1f! 6460 Z il L7=. 4D T LH121%, LW
BT A A ZE B A A B D L -columnODS 2.1x150 mm(3 pm) & i L 7=. BEFHICIE, 0.10 %
MaEfH 50 MMEEEE Y > E= T LAKBERET B =N LDOT AV I T7T7 47 HESE L,
FEIX 0.2mL/min & L7-. £7-, LAS-C10~C12 (TN #h 1= #E 4 LAS(C'®)-C12 %, LAS-C13
~CLl4 TN EEHEYE LAS-C8 Z=IN L, NIEEETEREEZ{To 2.

#4-1 LC/MSIMS BIEEH (ZERREFRLIXHM)

FEA Agilent 1260HPLC
_ LEMET MR BB
SEtAH S L

L-columnODS 2.1 x150 mm(3 pm)
A:50mMEFBE7 Y E=VLKBK (0.1 %¥XE)

LC# B B: 72 r=FUL
A:B=35: 65
Ao LEE 40 °C
RE 0.2 mL/min
EAE 20 uL
¥EA Agilent 6460 LC/MS/MS ¥ R F L
A4 Ak ESI 3% (Negative)

IS5 TAVFEE 150V
MS/MS & LAS-C10 : 297 >183
E_HA—AF Y LAS-C12 : 325 >183
(m/z) LAS-C14 : 353 >183
LAS-C8 : 269 >183

LAS-C11 : 311 >183

LAS-C13 : 339 >183

LAS(C™) -C12: 331 >176
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4. 2. 4. PHEHOREEL
4. 2. 4. 1. LASAREELHALODLBEEOHBEERO®EH
LAS @ LC/MSIMS Il iE TRAET HA A VT Ly v a v ORINME 2 ET 5720, K
EARPOH VT LEE (LLF, TCafifE] LW & LAS JIETRE & O HBEREMR A MG L
7.
et e LCid, MR (4 LAS JEE 0.10 mg/L : K#l/k) & Caffi i 2 20~200 mg/L
(R B L7250k (% LAS £ 0.10 mg/L) %2 1 @ LC/MS/MS JHIFESRMFETCTHIE L, Foh
7o LASBREZ Ll L7, 7ok, CatliE N /e 5 LASHEHER ZLL F D LB 0 TR L 72,
0.040 mol/L O b B v v AAKRIK Z 100mL &7 7 2 a2O~®i2, D0 mL, @0.5 mL,
@1 mL, @5 mLERLZ. ®RIZ, 2877 2a0O~@IC LASEAEHER (4 10 mg/L :
FHK) #2h T imL iz 7=, BREAKTL00mLICER L#AM L. ok, #HHLL
BRI IZIE, CafEES, D0 mg/L, @20 mg/L, @40 mg/L, @200mg/L & FEh TW5b. *
7o, 2TORBRIKICIE, £ LAS2HN0.10mg/lL & FEN T 5.

4. 2. 4. 2. ABFEEDEORE

AOWIETHERTL2NEEEME ZBRF L. 2k, WEEEDEICIE, TREERESD
BEANAIEETH D LAS-C11~C14 |2 K< L7 A 79 % LAS-C8 (CEpk 25 B EEA &
R 30 BT 12T EEYE & LCHEM) & LAS(C13)-C12 & 7=,

MEtHiEE LTI, & LASIRE (4.0 ug/L) & NEEEEME IR E (5.0 pg/L) 28— E 72
HZEOICHHR L 3EE O KER K (AEEE 16, 35, 80 mg/L) % F* 1 o HlE &1k CHlE
L, BRI 5 LAS & NEIEYEY E O I E M E L 0 ZH) (RSD) %KD, RSD /M &

WNEEEYE 2 Koo iEICEMA T 5 2 &2 L.

4. 2. 4. 3. LASHREBORER (HKH), TETRMERVU RSD (HTHEE)

# 4-1 O LC/IMS/MS I E G TH B 7= % LAS FEHER (4.0 ~40 pg/L : FEHIK) O &
MOBHBEMGEEZRD L, MEROBERELBRF L. £, 4.0pg/L O% LAS FEHEIR %
5 [0 LIEL, FHME, EEFE (o), E&FRM (100) KORSD #HH L7,

4. 2. 4. 4. HFMEREE
ARG HTIEDS, KB EE 0D B 7 2 7K GE K B OVKGE SRR I 38 W) T b 3 U 72 BUIR 23 15 5 4 5 )
EHERT D720, 422 KRN 423 ORERMETHRMENUBR 21T >72. 7238, % LAS DR
INENGEER I H W3 EHE, DT LB ICiHfL 7.
400 pg/L @ LAS IR S HEYERR 1 mL % 45 8 FlEH D KB /K K VKB R K 2 FH vy T 100 mL i
HIR LR EZ AW, Zof# L 72RBRIRIZIE, LAS-C10~C14 2% 4.0 pg/L (FL#%E
100



i VD 1/10 : fa A A v REIEMEAl L LT 0.020 mg/L) E/ET 5. F7=, % LAS O WA
ARBRICHOWTRB ORBEE & BN OBEMREZ R T 5700, MEEEEN 10 mg/L fHir, 40
mg/L £, 80 mg/L fHiEiZ7e b X HIZ/KEKERKEENENERRLIZ. £, 2 o8
B KD ARDHTIEO B ZREE O\ 2 FEOKEK THRBEZITS 2.

FEEITHE A L7z 5UR O M mE BE 13, /KGEK A 28 8.0 mg/L, /KiE/K B & T C 2% 40 mg/L, /K
WK D MOVE A 80 mg/L, J5i/K F 2% 16 mg/L, JR7/K G 2% 35 mg/L, J5/k H 2% 80 mg/L T&
ofc. B, KEBEKCKOEIFAFRNT, TAUNMT=EHERNTERILLZ.

4. 2. 4. 5. ZYMFEM@

KROWENKBEKRFOREA A FmEiEPER (LAS-C10~Cl4 OfF1) Oairike L T#%
MCTHDLNEFMT D720, 4.2.4.4 THE L 7-/KEK B OUMENLERER % % 5 0f470D 5 H
i A L C3EhE L 7=
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4. 3. BREER

4. 3. 1. LASAIBICEFZA4 A TLyarvEaLiv LB

LC/MSIMS % W= KEKF DR A F > FmiG A o B#EEASHEOBRF 21T - 7.
L2rL, BRETO#MIELRE T, KEAKF OK LAS JIEFRE DR CRE O LAS B (% LAS
FEE 0 0.10mg/L) (24X LT 46 ~86 WIREICIK F 424 F by va v ZR L (K
4-5 ). ZOBIGNRRAET DL L, R E i L TABEKFICHFIET 5 LAS O J7E 58 B
PRI L, Kok &I KRERMENRELDLZ b, F LASOA AT Ly v
GV DORBERBTAIRIENLEL RS, TIT, REZEKBTIBEONEEZRHFTS
201, A F YTy varE2RAEIEIKEKTOLGFEYEOBRGE1T-> 7=,

B LASHIEDRE (BHEED LASHAEREZ 100%0E T 3)
120%

mKEAK (KAEEE40 me/L)

100% -
86% 86%

% -
80% 2504
60% | 58%
46%
40% A
20% A
O% T T T T

LAS-C10 LAS-C11 LAS-C12 LAS-C13 LAS-Cl14

B 4-5 LC/MS/IMSICKBIEERXREKEKDDE LAS BIE®REDRERF
(BERZRD LASTHEZ 100%0E LI ZTDKEKD LASHEEZEZRLTLS)

—ET, KIEKIZ, A, BEERREORMERSOEEENDRVEARTHSL. Z
D=, LASOA A H T by varzREIELEEWE L L TIE, KEKOEHEN
HEMICHm WA T Ao 4y (BT, TCa% ) M) REDI XTI AR EHRMESHS.
E51T, CaMiE, A A v REEEA L OB TAREEE TH K (a7 Ly s R)
EERTDHZENALNTNDS.

FRE, FEMSIIMERT VX VI H[R,,SOX 1 X=Na, Cal/l2 I8\ T, &7 U vathe
tede UC, ATy AEO TN HREIEER O K~DEMEN2IMIC LA T D527 77 MRE
H30 CUEHNZEEZHRELTVD (YT LK 30 C, ¥y Ll 71 C) Y.
72, LASIETAFAEBEID bRUVEVEBREAT AN TBKEREWZ 0, Ca®
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CEER AR LK, RBEMERAEICEHEEDL LBEXOND. 20k, Ca"2%<AHALT
WD KRIEKIZOWTIE, KIEFRE DK\ LAS WV > U MO AR T 2728, ESI ~DoH
B EENED L, TOME, LASD LC/IMSIMS I ERIENME T 54437 yig
VIREETLAREREWEZZOND. L EDOZ D, KRoECIBT LA F YT
Ly ya rOFRAYET Ca® L HER L, AEAK O CafliEE L LAS JIERE & O
BAfR DR ET 21T - 72

X 4-6 (21%, Caf#JE 20 ~200 mg/L #iPH D LAS IR A HERR (4 LAS ¥ % 0.10 mg/L

WZFHHL) % LC/IMSIMS JIIE LG b 7o LASIREZ /R L. 2O XM 5, Ca i £ 25 40 mg/L
J2 ¥ 200 mg/L @ LAS FE ¥ o JIl E 5 1%, 20 mg/L OFEAEHE & bk L T4 LAS O I 7E flE A
KL b4 AT voyvaroRErmER L. £72, X 32815 Ca f#E 40 mg/L

WA U 7o BR R T E S L7245 LAS o I E 50 EE CRSE Y9 1 7 58 B2 L2 %k L T 48 ~80 %) 13,
4-5 Trx L 72/ B 40 mg/L @D KIEKIZE 1T 5 & LAS HIE B (R ) & 5 BE 12 %F L
T 46~86%) & E<—HLTWi.

IO ORERNG, KBEKDEHE LCIMSIMS HITEIC L 2% LASDA ALy g v
X, KEAKPICHET S C N —BRTHLZ L E2MRTE 2.

£ LAS HIEDIRE (CaffE O0mg/L @ LAS BIERE % 100% L 3 5)

100% —-104(y-§- ?/3&89% . LAS:C13 n LAs:C14 _
80% -1 \ I;I;/- 80/079,/:

N | IN°W
BN IINET

| %é %g

- Nl Noj
INE7R I NE7

CaflEERE (mg/L)

4-6 CalEE & LASAIEHEDERFE (& LASRE : 0.10 mg/L)
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4. 3. 2. NBEEYEOHRE

AKOMEDERKEE L2 ESE5-0I120%, KEAICKET S Ca2 NERETRAET 5%
LASDA A YT Ly a ORBEZRBT 2 HEORFNILETHD.

T, BAFCKBI T LR EDEMI T AERNT, KEAFDO Ca¥ERET LS
EoRFEfTo7. Lol, & LASHEUREIREZHLNZ2WIEER, BHT T L5220
LD LAS BDIGYLEERE L THRIEBLMEA R 25560 H 0, @0 7eRikE% i
FTLZLETERNoTL. 2T, NHIEENEIZ L > THIET 2 NEEIEORF 21T -
7.

X 4-7 120, 3FEEOKER K GAEEE 16, 35, 80 mg/L) ([ZF 1) 5 LAS & NEE YY)
HOWERELOLEE 2R LT,

Z DG, LAS-C10~CI12 ([ NEHE Y LAS(CY®)-C12 2 W= &, & % b o
Z5W)1E RSD=1.0 ~2.9% & —ETho7-. Z D=, LASC®)-CL2 ITNEHIEHEYE & L T
WL TWD &ML, —J7, WHEEEYME LAS-C8 ZHlWcha, RBENmI 2D L
WERE NS 2B MARL, WEMRELIX RSD=8.8 ~11.6 %& K& < E#L7=.
D7, LAS-C8 IIWIHIEMENE L L CAM Th D & Hlr L.

LAS-C13 K& % LAS-C14 I[CNESIEYEY'E LAS-C8 = W= A, HIE 8 b o £ 8
RSD=1.6 ~3.4%& ~ETHhol=. TN, LAS-C8IINMEEME L LTHLTWD &
HIWr L7z, — 7, NEBEEHEYE LAS(CY®)-C12 2 AW =56, MBI & < 7o B L lE
R e 2 mz R L, PIEMRELIZ RSD=7.8 ~11.1% & KE E&BHL-. ZD7=d,
LAS(C™®)-C12 13N EEHEME L L TARETH D & HIF L 7=,

WAz, X 4-8121F, KiEA (GAEEEE 40 mg/L) 1245 LAS JRFEN 4.0 pg/L 1272 5 X 9 IR
mu, fstfEfis, NEEERCLITRMBROERZROZBMEL R L. ZOK2
5, LAS-C10~C12 T, WEBFEYEMEIC LAS(CY)-C12 2 v 5 Z L 12 LV 1Z1F 100 %D
EREREH/DL N TEZ. —J, LAS-C13~C14 Tix, WEHEY'EC LAS-C8 & M
WHZEIZED L5 UK TIS D ERMEE2BLZENTE .

Loz s, KOSHIEDOKRE TIE, LAS-C10~C12 ®NEBEEHEYH 2 LAS(C)-C12
%, LAS-C13~Cl4 O NERIZEMHEYEIZ LAS-C8 Z# H 5 Z E N CTH 5 &MWL 7-.
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LAS 3 /IS s E LAS S8 /IS 34 &
1.80 5.00

NS E : LAS (C*) -C12 NEEREYE : LAS-C8 463
1.60 1.53 4.50 RSD=8.8 % - e
-~ it DY 3.80 -
1.40 < < 4.00 ’,O '£ ..............
1.22 1.24 o-RSD=11.6 % _.2°
1.19 160 ~227 396
2D=1.66 - - - 327 _.2%°
120 o wg=: m————— T S— 350 312 : ”;’I
118 1ppPTL0% 1 2= RED=11.4 %
1.00 300 {B5°7
SOy 0 310 ' 2.48
0.80 SRRSO Y R 250 124 28sD=3.4 % DN
' 069 066 ke ' <>--_<>’____,_-—
R 0.53 1.73
0.60 R T 200 4180....178 .
RSD=11.1 % =X K= emmmemea o X
0.40 150 RSD=1.6.%
= <0==LAS-C10 =<==LAS-C11 =<0==LAS-C10 =<0==LAS-Cl1
0.20 4 =A==LAS-C12 ====LAS-C13 1.00 { =A==LAS-C12 ==0==LAS-C13
- %==LAS-C14 - %==LAS-C14
0.00 T T T 0.50 T T T
10 30 50 70 90 10 30 50 70 90
BTEE (mg/L) BEE (mg/L)

H4-7 3EEOKERKIZE TS LAS ENBEEYPEO R EREL DEE)

LAS EIXE (%)

120%
1169%
100% +-----PN) - -----
86% 86%
80% +1 | --
60% +1 | --
40% +1{ } --
20% +1 } --
Yy
DR ER RRNSPELEE  LAS-C8 mRASIELEE : LAS (C13) -C12
O%_ I| ||1\|_I| Y
LAS-C10 LAS-C11 LAS-C12 LAS-C13 LAS-C14

H4-8 #MANBREFLEIRVARBEERICESIKEKPD LASOEIIREHEE
(B LASRE : 4.0 ug/L, KEKDLEERE : 40 mg/L)
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4. 3. 3. LASEEROE—/ K, RERRUEETRIE

4-9 |20, LAS HEERR (45 LAS #EJE : 4.0 pg/L) ZHE LSS5 SRM 7 a~ h 7
TLhELRT. ZOMNL, FLASOE—27 O SINK (FE) 12302 lkEThy, v¥—7
kb BIFTH -T2

-ESI MRM Frag=150.0V CID@30.0 (297.0000 -= 183.0000) D_ABS_STS0004.d
%10 4 |MNoise (PeakTa 38.80; SNR (3.913min) =485.7

2 "3913 —LAS-C10 2

-ESI MRM Frag=150.0V CID@35.0 (311.0000 = 183.0000) D_ABS_STS0004.d
x10 4 |Noise (PeakToPeak) = 162.88; SNR (4.772min) = 60.9

2 *4.772 2
<~ LAS-C11

0- —

-ESI MEM Frag=180.0V CID@35.0 (325.0000 -= 183.0000) D_ABS_STS0004.d
x10 4 |Noise (PeakToPeak) = 229.78; SNR (6.030min) = 452

2 *6.030 2
—LAS-C12

0_"—"—\-___r

-ESI MRM Frag=180.0Vv CID@40.0 (339.0000 -= 183.0000) D_ABS_STS0004 d
%10 3 |Moise (PeakToPeak) =214 18 SNR (7 971min) =30 2

2 LAS-C13— 7371 2
. Jaa A
Sl O et —

-ESI MRM Frag=180.0Vv CID@40.0 (353.0000 -= 183.0000) D_ABS_STS0004 d
%10 3 |MNoise (PeakToPeak) = 150.60; SNR (12.907min) =345

2 *12.907 2

LAS-C14— M
0- v m—

2 3 4 5 6 7 8 s 10 11 12 13 14
Counts vs. Acquisition Time (min)

H4-9 LASHEEZEZRDO SRMBIE YOI FT S L (F LASEE : 4.0 pg/L)

WIZ, F 4-1 O LCIMSIMS JE S TH L 72%& LAS MR (4.0 ~40 pg/L : FEHiK)
DIEEMREZK 4-10 (TR L7z, 2O, B LEREROEMBEABRENETOD LAS IZ
BUWNTO099 LLETHY, KOHIEIZEB VTS LAS DM EMP BRI REREZHLTVD
ZENMERTE.

F72,4.0pg/L O LAS FEHER Z 5[40 = LHIE L TR D72 EHME, E¥ERE (o),
R TR (100) XOVRSD (PHTHE) 2K 421273 7F. ZORMNDL, % LAS OFHHE
1%3.91 ~4.05pug/L, RSD 7% 1.22 ~263% & IEFICRAgRMENTFONTZ. £z, Kolbr
ED 100 12X 5% LAS O F & FIRMEIX 0.490 ~1.06 ug/L TH Y, A 4 v FimiE kAl o
KIEAKREIEAED 1/10 LT ORENATRETH - 72
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AIERELLE (LAS-C10~C12)

18
16

14 ¢

12
10

BIERELL (LAS-C13~Cl4)

LAS #Z# &8 E (ug/L)

41-10 F LASEHBERORER (BE

: 4.0 ~40 pg/L)

‘ : 120
LAS-C10 : y=0.350x-0.368 R:=0.9999
LAS-C11 : y=0.310x-0.415 R2=0.9999 100
LAS-C12 : y=0.356x-0.529 R2=0.9994
LAS-C13 : y=1.13x-1.69 R2=0.9999
LAS-C14 : y=1.52x-3.22 R =0.9997 80
60
-------------------------------------------------- 40
20
.................... XLAS-CI0 ALAS-CIL aLAS-C12 |-
#LAS-C13  @LAS-Cl4
I I O
10 20 30 40 50

®4-2 LASHEEKRBYEBELRAEN=5)ICLSFEYE, HERE, TETMHRME, RSD
& LAS | EfE (pg/L) BERZE (o) |EETR (100) RSD (%)
LAS-C10 4.01 0.106 1.06 2.63
LAS-C11 4.02 0.0490 0.490 1.22
LAS-C12 3.98 0.0783 0.783 1.97
LAS-C13 4.05 0.0604 0.604 1.49
LAS-C14 3.91 0.0643 0.643 1.65 %
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4. 3. 4. KEKEURK®D 7 E YR R

#F 4-41T0%, 2.5 THE L 2 S 8 FlFH D /K K K OVUKIE KIS K35 LAS @[
WRBRAERZ R L. ok, KiEKCKROEIX, SFREFMSHEEE ¥ — (HESMH
3£ 4-3) O ET, TLSMI=ZEREEREFEMN (FERMAFITR 4-11) 0=

TR & FE L7z

ZIOENDL, KEKA~EIZEBITDH LAS-CI0~C14 ORI KL 72.2 ~122 % TH Y, #

PEREAGE AT A KT A > BIRT 70 BLlL EO BFARMRESG O, £, ATFREVS
BRO2OO05HEBAORREIZEIS KL TEY, KOWMEOHFIENE W & HHER
.

—77, JFK F~HIZEF % LAS-C10~C13 D[A[IL K| 83.6 ~124 % & Z 4 PEFEAG 7 A K
TA L 14) BRT 70 L EDO R REGL LN TE. LirL, LAS-Cl4ICEL
TiX59.0 ~68.1 LKW EINERTH 7=, ZD7®H, FAKD LAS-Cl4 225\ Tik, WNE
EEME LAS-CB # HHWT b A AT Ly va VOMIEICIEA+2THY, Koo
HAIZEE LW ERnbro Tz,

WA, KEARBMENRBRIEORE TH LTS LAS D SRM 7 v~ 7 7 A#x[K 4-11
WoaR L7z, ZORMNG, KEKZBILEESFTICEENEL T, &£ LASOE—7 IZiE%
FET LS KMo —2 38l ST, RERE—27BRRIEONTEY, KoWik
DEWERRMEZAGT 5 EDRMRETE.
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®4-3 LC/MSIMS RIREH (EFREFAMSBRELEVS )

HEEL Waters 2695
GLYA T AM
SEEH S L
Inertsil ODS-4 2.1 x150 mm(3 pm)
- A:50mMMEFBR7 > E=v LKBHK (0.1 %XE)
LC &
B+ B: 7 Fr=FULNL
A:B=35:65
mE 0.2 mL/min
FAE 50 pl
EEA Waters Quattro micro
1A & ESI 3% (Negative)
7353 T*V FERE 150 V
MS/MS
. LAS-C10 : 297 >183 LAS-C11 : 311 >183
[=]
EoA—q A LAS-C12 : 325 >183 LAS-C13 : 339 >183
(m/z) LAS-C14 : 353 >183

LAS-C8: 269 >183 LAS(C'®)-C12:331>176

FA4-4 KEKEURKFMERHAEBRER (F LAS: 4.0 ug/L)

_ ok EURZE (% : n=5)
HEES
%Eﬁ LAS-C10 LAS-C11 LAS-Cl12 LAS-C13 LAS-C14

KEKA (BBEESO0mg/L) =ER  98.0 96.7 92.6 90.0 75.2
KEKB (BREE 40mg/L) =ZER 100 101 100 91.6 77.4
KiEKC (BEE 40 mg/L) HFR 110 109 107 107 82.8
KiEKD (BB 80Omg/L) =ER 9.1 106 103 89.5 72.2
KEKE (BREESOmg/L) AFR 107 101 122 99.1 74.6
KERKF (REE 16 mg/L) ZER 113 113 97.1 83.6 68.1
KERKGHLEE 3B mg/L) =BR 121 111 105 85.3 59.0
KERKHREE SOmg/L) =ER 124 99.2 112 85.3 67.0
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x10 3 |-ESI MRM Frag=150.0V CID@?30.0 (269.0000 -> 183.0000) D_A_.

2 *3.023 2
5_
—LAS-C8
0_
x10 4 |-ESI MRM Frag=150.0V CID@30.0 (297.0000 -> 183.0000) D_A._.
292 *3 786 2
14 —LAS-C10
0_
x104 |-ESI MRM Frag=150.0V CID@?35.0 (311.0000 -> 183.0000) D_A..
12 *4 629 2
—LAS-C11
0.5
o |
x10 4 |-ESI MRM Frag=180.0V CID@35.0 (325.0000 -> 183.0000) D_A._.
142 *5.902 e
—LAS-C12
0.5 -

0

x10 4 |-ESI MRM Frag=180.0V CID@40.0 (331.0000 - 176.0000) D_A..
2 *7.702 e

21 —LAS(CY)-C12

1 -

o A |
x10 3 |-ESI MRM Frag=180.0V CID@40.0 (339.0000 -> 183.0000) D_A..

672 *7.811 3

4 —LAS-C13
1 A

x10 3 |-ESI MRM Frag=180.0V CID@40.0 (353.0000 -> 183.0000) D_A..

4> *12.764 2
LAS-C14—

- . M
0
1 1 1 1 1 ] 1 1

I 1 I I 1
2 3 4 5 6 7 8 9 10 11 12 13 14
Counts vs. Acquisition Time (min)

B 4-11 KEKPFOEZELASOSRMBIEI AT FT S5 L (& LASRE : 4.0 pug/L)
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4. 3. 5. XGMEDKEK~DEA

# 45 120%, KEKRPOREA A o FEiEEAR (LAS-C10~C14 Oif1) Dot L LT
DARGHTIE D Z VR M2 R L.

ZOERMDL, TR 3.54 %, =WNKEE 7.47 %, HJE 952 %E B 2R/ G L.
THBIE, TR 15 ERREEA (K 1010001 5) YV TED SN D HHTHE (RSD :
20% (BHEW)) & ZMMREMATA RI A4 ™ OENKEE (A% : RSD=25%) & B
(70~130%) ZH /7= THERTH Y, Ko ENREA A RmiEER O KEKRKEREEE L
THN THDH I L HRT I ENTE.

o, ROWiEE, EEFEM & U CTR 2 W R B4 2 E AR IS X 2 e R e 2 A
TEDLZ2EnG, KEAKPOREA A HETEMER O 5 H OB HELS AIEE & e o7z,

®&4-5 KEKIIHITIBENF O REEHAOZLETMERER

B 1 #ER 2 #E 3 BB 4 #E 5
n=1 19.2 pg/L | 18.0 pg/L | 19.8 pg/L | 20.0 pg/L | 17.7 pg/L
n=2 18.8 ug/L | 17.5 pg/L | 18.7 pg/L | 19.4 pg/L | 18.1 pg/L
n=3 18.6 pg/L | 17.8 pg/L | 20.9 pg/L | 20.3 pg/L | 20.0 pg/L
n=4 18.7 pg/L | 17.7 pg/L | 19.0 pg/L | 19.9 pg/L | 19.2 pg/L
n=5 18.9 pug/L | 17.7 pg/L | 19.7 pg/L | 19.9 pg/L | 20.5 pg/L

Ffi=E B o fii #5 R B#E
HHITHE (RSD : %) 3.54 <20
ERFEE (RSD: %) 7.47 =25

EARE (%) 95.2 70 ~130

FE L BRMEREBRICER L f2KEKDOLEE (X 40 mg/L

F2:BHLASOFMBEX 40pg/lL (BAF R EEMAE L TEEED 1/10
Y : 0.020 mg/L)

E3: AMERERIE, E5#TOSHMEKEL TERL

111



4. 4. F&O

1) WEEIRYE & B R EE 23\ W LC/IMSIMS & NEBIE M E 2 W T, KEKF DRE A A
> B ME A D LR VE N Sy AT 5 D KRR & KB K~ D 2 Y M & AT L 7=

2) MEtOfER, KiEAKFT D LAS ® LCIMSIMS HIEIZ LD A4 A% 7 Ly a v RKiEK

FicfFET 5 Ca® ICBE L TRAET DS Z L AR L.

DADHIEICB T 5% LAS OB ERRIT 4.0 ~40 pg/L O R EHM CRAg2EBRMEEZ R L.
F72, 4.0 pg/L EEER O OATRE X 1.22 ~2.63 EIEFICERGFTHY, & LASDERE
TIRAE X 0.490 ~1.06 pg/L T - 7=.

4) FRBE LN B 70 2 KGE K K VR KIS % LT LAS OWINENERER 21T > 2. & OFEE,
KIBEARIZF T D LAS-CL0~CL4 DRI HRILT72.2 ~122% Th 0, RiF e iR =G o7z,
— 4, JAKHF D LAS-CI0~C13 DL FE T 83.6 ~124 %& BUIF 2 fE R Th - 7273,
LAS-C14 |3 59.0 ~68.1 % & KW\ ALK TH - 7-.

5) JKiEKIEHEME D 1/10 J£EE Tod 5 20 pg/L IRE D Fa A A v Fimm i Al (LAS-C10~C14 O
W) OUMENGRER (5 A, 4% 50fT) ZHRIEE 40 mg/L DKEKTITo7. D
FER, DHMTHSEE 3.54 %, =EWNIEE 7.47 %, [N 95.2 %OFE RN O 1, KiEKIZK
TORGHEOZ YW EFMT D N TE .

6) AATiEIE, B XD RMERIEAZEKETE L2 LD, KEKRPTOREA A 5
TEPER D 53 Hr O B H AL 23 FTRE & 72 o Tz
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B85 X

1) EAGEETHE 1015 KEEFE ARE2HOBREICESEKEEECHT 2E8 5] F
R 1545 A 30 H.

2) A @A S ERE 261 5 I AKEREBEICEHTI2ATOREICESEEALTBRENED
5 K154 T A 22 H.

3) KEARPOENCWEICOWT  MEEL, DB/, FEEZ, aHOE, HELY
VUR YT N CHE, 248-242(1996).

4) KESHOe M EESOFEFEER L R PIREO TR - é5AR%E M, Ann. Rep. Tokyo
Metr. Inst. Pub. Health, 63, 69-81(2012).

5) LC/MS |2 & % B H @ Perfluorooctane Sulfonate (PFOS) D434t @ 4 KFnBl, 75 k&
e, BRA FRBERGRME X — 4, 2, 101-103(2002).

6) LC/MS/MS % i W7o EHEAIC KD w FEEE o AT ik o st « I =], & 16 mIBREiAb
FRim s B 5%, 506-507(2007).

) RIKZ o~ b7 T T IEESHTEHC K DKEAKP O~ v FEEEFE O E &IE O MESL 0 H R R
KT, EAREH, AGRBHEE, @AETR, KEHSHESE, 907, 18-22(2010).

8) FaA A L FTE FIoH 1 B AKE KT D~ 1 fEEE¥E D LCIMS J Y LC/IMSIMS 43 4 @ 7E & ks
BEORGE : HIFEBRA 1, AREIL, ARBEE, BARZE, EARE/, WAEHG, KE

DHERE, 931, 20-27 (2012).

9) LC/MSIMS IC X 2T D RY Z7FILAXK RN 7 ==L AXHH IR, BA
=, &N 95, EBEEEI, 42(3), 175-182(2013).

10) KEKF DA I 2 7 H2 YT 7Ty hes3T a— k@ LCIMSIMS — & 3Tk OB % -
AR ESL, ARESEE, fEx KRRk, L HERRBW, BERF555, 28(2), 117-125(2015).
11) TEH#ET AL R B A VRCBE OO ORE L] - BEITHERE 59 5%

12, <http://www.env.go.jp/kijun/wt_al2.html> (M 2016-09-25).

12) A 4 REEEAISHTICB T D LC-MS ¥~ « dblf &, TEER, TiEg
+, A FZ, WE&E, MRE=, R, KEWHSHRE, 952, 2-6(2014).

13) AR CHEMATE LA A MR EIEMEA  BEM =, EE OB, M, 42(2),
81-85(1993).

14) KEKEBREHIEOZYHFTMYT A KT A4 1250 T BEARBHE KERE®D, ¥
B 24 49 H 6 B (fE/KFE 0906 25 1 5, HmAMEohiE : SFpk 29 45 10 H 18 H 11 A K
1018 # 1 5 ).

15) /KB FEYEIC B9 2 4 4 O il GE B OV/K T8 15 i AT 1L BN 00 — 3 g 1E 55 3 OV K GE KB BRI
BUI2EEFHIZOWT : KEFHRHEXTEHB OBRAE ST E, BIR 4, EA B E
JRKERRE @A, FRL 154 10 A 10 B (/K% 5 1010001 &) .
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E5E LC/MS/MSIZ&KBKEABDTIYILE
) # 2k
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5. 1. &8

FU T P UREERETHDT 7 I RY A, FICATRABREAICHERS NS 2028
FEEH, 2000 FFICEEBRESNEZHLVERTHY Y, 4, ENOHFERIZR LTV
HEETCHLHDH . FE, 77V R A UL, KIS KT DR 64. 2g/L(pH 7.0, 20 C)
DEERICKIBIERE N 0, T 7Y b U & v B A S 7z Kk B AT T2 B )1k %
BT L CEREKRKEZBET L2 ZENBEIND. FEEE, VR 24 FEN 6 26 FFI2BIT 5
AEJF K e CHRNIAKIZEB N T, 77V U AT A RO 10%% 8 2 5 Hi R Tk
ENTEY, FEFCHEVREEE Tho-Z EBMESh TN 2.

O 0 Cl
|\ O/A\<i7
~ 0
(0}

SO,CH,
E5-1 FIULFUFOOBBER

ZOED, JEEBBETIE, T7INNI A ERMEEED DM REIEY 2 M
BEEHICKE EL, KEKICBTD2T 7V AV NI A rOKEE=4%Y 7 K#l %258 LT
ST EEFRLTVD (Fp294F 4 A LHIETTE) P LaLans, Kot d 27
ZUN NF U DOSHTEO WG, EIED U2)IAKICH L CHRE LB -EE 7 o<
NTT T4 =8 T BTVERSHE (BLT, TLCIMSIMS) &) 720 Th 5.

EfE S D372 LCIMSIMS 1, 4R, JBIERRE & W EGRIRIE O m L bk & LCHER
EhTHY, ~afEEg Y, B, g2 XY PFOS - PFOAY, LAS (&A A4 v F &tk
Ail) 7 EHEx REBOSHICRA SN T WA, £72, LCIMSIMS 1F, Ak & 4 HIAHA
R LIRS TICESEREICEATELZ D, EHEMER EIC X 2aT0BEIEEDOEI
MARETH Y, HHEMOERHC T A POYIEA AL 725,

Z 2T, RRFZE T, EHIEA-LCIMSIMS IEZ2 W T, KEKRKTOT 7V FY AU,
JEAE S BE N ED D HEEME (0.02 mg/L) @ 1/100 T 5 0.02 pg/L £ THIE T HE 72 /)y #r ik
DR EIT->T-. £, KOWIEDKEK~DZ Y Z ML 7= CRICHRET 5.
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5. 2. IRDAE
5. 2. 1. &%
i) TZUNLRYFURERK (1000 mg/L)
T THEER T 7 UL Y A U ERER A 100mg FEFEL, 7& b= KU /L (HPLC
A B EA b EAR ) T 100 ML ICER L7z,
i) REBRERATIVILLI)A VIRER
T 7 VUV b A RERERE ImL % Milli-Q /KT 100 mL IZER & L=, = D%, ik,
Milli-Q 7k T 0.02, 0.04, 0.1, 0.2 g/L I/ 5 X 9 IC 4 B ICA IR L 7=,
iii ) B4
BENVIC A WICEEEE T v = U MR TR KRR KL, 72 =M I
R b LC/IMS T 2 L2, £72, KRKITIE, Milli-Q KkEZfH L7z,

5. 2. 2. RBHORABAELAERHOBRE

REHCERBEZNHEETLI2HE, 7AaLVbErBb M) a2 CEREEELREL,
HTARANATOVICERLEZ O 2B E Lz, BB, £1ICRTRIESEEZAV
T, LCIMSIMS I B EAN LBEZEIT 72, £72, RERIZ VT, 21 THELE-RE
MAERRHA T 7 Vv b U A AU &2 WD CHlE L.

723, LC/IMSIMS M E Gk D fx ki, LT OIETHRF %217 - 7=,

i) Fuh—YasFro®E
LC/MSIMS JIE D 7= D62 RT3 5121E, &OICT 7V b4 O 7
Vh—H A F R THOIVLERDD. 20O, 77 V0 NI F U EERKZ Milli-Q
AKTL0mg/lLICHR L7277 Vv b A 8RR 1 pLb % LC/IMSIMS 25 IZEA L, 7
U H—H A A2 D MS-SCAN Il 7E [SCAN I EHFH : m/z 220 - 550) % 1T > 7=.
i) FAFY b4 A OB®E
RKOWETHER T RER 70X 7 M v 2R 5720, 10 mg/lb T 7 UL b
U 4> oFEAERE (Milli-Q 7/K) 1uL % LC/IMS/IMS 3@ ICiEA L, v & 7 kA 4 > -SCAN
W& (77U B —H A4 : mlz443, SCAN JIEHPH : m/z 100 - 450) =17 - 7.
i) RER (EREOHER) BVICEBHREK, EETRERUV RSDOEH
£ 5-1 D LC/IMSIMS FIELRMETHONTET 7 U MY A U EERORER (0.02~0.2
Hg/L) DEMYEZZEM L=, £/, 0.02ug/L ODF 7 UL b U A U FEHEHE 2 5 [Al 4 0 R L
HE L, FEE, HEERE (o), E& FRI (106) X RSD (HHTHE) #H L.
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£1 LC/MS/MS RlE&#4
LC &#% <Agilent 8 1260HPLC>

2 R VN GLY 4 T2 X#t InertSustain C18
2.1x150 mm 3 pum
FAE 50 pL
hILERE 40 °C
iz 0.2 mL/min
B a4 ABOSmMMEFRRT7 v E="V LKBHE

Bi#:7EkF=FUL
A:B =60:40 — A:B = 0:100(26min)

MS &# <Agilent #t 8 6460>

441k ESI % Positive
EESAA Y 443 m/z > 262 m/z

Collision Cell BE : 10V
i O 443 m/z > 341 m/z

Collision Cell F : 30V

5. 2. 3. FMERGEARE VR4
KOSMIEDRKEKRFTOT 7 U AR ORHELE LTRYTHDINEET 57120,
KEARKDBHMENGGKERZ A 50T 5 AMELER L. ¥, 77UV LM A O
INENGGABR I W BRI IE, LT LB T L 2.

T 7 U h U A U EARERE Z Milli-Q K T10pg/lL FTHR LT 7 UL b U A U EARER
220 ImLEREL, KiEAK (ZERET) T500mLICER LEERBREE AWz, Z0oRER
Wik, 700 Y AN 0.02ug/L FFET D (HEE{E D 1/100).
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5. 3. BRLEE

5. 8. 1. LC/MS/IMS fIR&H D

5. 3. 1. 1. FUh—HYA14F > 0HH

X 4-2 1%, 77U EUA2D MS-SCAN Il (B TCTHRTYT 4 7EF—F) IZL-oTHL
iz MS A7 hLvThD. ZORMNS, 77U R F O MS A7 MV THIES T
TR bMENRWNVEREERIL, m/iz 443 Tholz. ZOWWESNTEHEERIEX, 77V 1Y
FroyTEY (M:44291) [CHSTHE—2ThY, EEDS VORI THE LTV D
BL—HLTWBEZENS, T7IANIFTLOF Y A—HF A4 L LTHEHYTH D L ¥
Wr L 7=

x10 5 |+ Scan (0.188 min) tefuryltrione1000ppb_MS2scan0010.d
M+

443.1000
1.4

1.2

0.8- 341.00000

0.6

0.4+
262.00000

o IR AR RN Y

200 225 250 275 300 325 350 375 400 425 450 475 500 525 550
Counts vs. Mass-to-Charge (m/z)

B4-2 TV EYFUFEERAO mg/L)D MSANRY ML
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5. 8. 1. 2. FAaFy rMF o

M 431X, 77V VF Y (VA=Y A A :mlz443) OF o X7 A F 2 -SCAN
MELHFEONTE MSAXZ ML ThD., ZOMEY, 77V VNI AOT Y I—HAF
Vb, EIZ, miz341 O miz262 o7 u X v AU EnT.

x10 2 |+ Product lon:1 (0.434 min) (443.10001 -> **) tefuryltrione1000ppb_Pros...

1.2 Collision Cell F : 10 V 341.10000

0.8

0.6
0.4 262.10000

*

x10 2 |+ Product lon:3 (0.411 min) (443.10001 -> **) tefuryltrione1000ppb_Pros...

1.2l Collision Cell BIE : 30 V

. 262.10000
0.8
0.6
0.4- 167.10000 305.10000
*»

1[|}0 12|5 15|[]' 171'5 ZEI}D 22|5 25|D 27|"5 3[|]'D Sé5 3|50 3_:"5 4[|}[]' 42|5 45|0
Counts (%) vs. Mass-to-Charge (m/z)
BM4-3 FIULMYAUBERAOMyLYOTAFY L F V-SCANBFIEICE > TH
bhf=MSARY ML (T H—HA4F > : m/z443 )

ZOEEKIE, T7IVNVNIAOT Y I —H A F 03, Collision Cell IZ3W\TEHESy
1 & E e - fREEL, 4-4 TRLIET Z I N MU AU HEERNO AT CTREEL7. 7 o & K
A 7 > [M-(-O-CH,-C4H;0)-H] “&, X 4-4 D ARV B DO TRt LT-T 0 X7 A A
[M-(-O0-CH,-C4H70)-(SO,CH3)-H] "3 Ak Liz7b B2 b b. 7%, miz443>341 (7
V=% AFr>Far bAoA ) ORGEREIX Collision Cell D& £ A 10 V O HIE F A+
DEFIZ, £72, miz 443 > 262 O I E 1% Collision Cell ® 7 £ 2% 30 V Ol & 5 D K i,
b IRENE NS T,
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-4 FIOIVLERMVFAOBEXRUVFBE WD IS TA0T—a3rnNe—2

Wiz, X 4-5120%, 0.02 pg/lL 7 7V MU AU fEHERZE LSS SMR 7 v~
NS LEFRT. EES YVORETIE, TTYAL NI A DERA A TR, miz 443> 341
DTy A EREHALTNS., LrL, ZTOKMNMDH, m/z443>262 O SMR 7 -~
F7Z LD SINK (64.7) 1%, mz443>341 D7 a~ 77 LD SINKE (107) kv bE
Molo. £72, mliz 443 > 341D SMR 7 u~ 7T AN, WEZRFICN—AT A N ER
LT B - T

UboZent, 77UV NI FCDEREA T NCTIE, Mz443>262 DT 0 X7 A F
VhERIECH D LB LT,

+ESI MRM Frag=160.0V CID@30.0 (443.0000 -= 262.0000) data-23.d
%10 2 |MNoise (PeakToPeak) = 6.04; SNR (9.692min) = 647

7 2
6 -

5
*9.692

+ESI MRM Frag=160.0V CID@10.0 (443.0000 -> 341.0000) data-23.d
x10 2 |Noise (PeakToPeak) = 55.58; SNR (9.709min) = 10.7

71z *9.709 2
6
54
4
.

24

I I | I [ [l ] ] [ ] ] [ I [ 1 ] [ I I
1 2 3 4 5 6 7 & 9 10 11 12 13 14 15 16 17 18 19
Counts vs. Acquisition Time (min)

M4-5 FIUYJLRYAEER (002 ug/L) D SMRZ AT RFS L
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5. 3. 1. 3. RER (ERMEOHKRE), THHFEY, ELERUHRVEETRENEH

# 5-1 ® LCIMSIMS MIELRMHETHLNET 7 UV U AU EEROBRER (0.02~0.2
Ho/L) OMEMRZK 4-6 ISR L. ZOKMNEL, B L7ZBREROEMBEHRES 0.999 L
EThY, BHREREEZRALTVWD Z ERERTE .

Fo, 002ug/L O T 7 VIV MU F UEHEREZ BV R LRIE L TH LN EYE, EER
7% (o), E&= FRIE (106) KO RSD (JHTHE) &% 5-2 [ZRT. ZOXRNDL, 77V
b b U A U RERERR O SEYE AY 0.021 pg/l, RSD (PFTHEEE) 28 1.2% Th v, FEFIZRAFR
WENE LN, £, AOWiED 10012 & 5 & & FIRAEIEL 0.0025 pg/L T - 7-.

50,000

45,000 237 543.36735 X - 477.15306 -
y = 237,543 X - 477.

40,000 R? = 0.99993

35,000

30,000
25,000

20,000 el
15,000
10,000 g

5,000 o

0 :

0 0.05 0.1 0.15 0.2

46 TI7UINRIVAEER (02 ~0.02pg/L) DRER

®o5-1 RERBELAEICL D FHE KRERE EETRE, RSD

FEfE (pg/L) RERE (o) EETRE (100) RSD(%)

0.021 0.00025 0.0025 1.2

I MERR ; n=5
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5. 3. 2. APWEDKEK~DEH

7% 5-3 120X, WwMEIUEERFER (n=5, 5 HfH) THLNTZKEKFTFOTZ7 UV U A
DoHTiE L L TORSHTIED Z S PEFH M A < L7,

TOERNL, PHTHIE 1.8%, ENKE 3.5%, HE 104 %0 ERN GO, ZOfER
1T, Rk 15 ERR R A (K55 1010001 &) Y TE D LR D BT E (RSD 1 <20% (f
W) & RMMEFIMEA A RT 4 v P ORNIEE (B3 RSD=35%) K OEE (70 ~
130 %) Z Wi /2 T IHFEEICRG R K TH -7,

F 7z, KEKBEORMENNGBRIZTHE LN MRM 7 a~ b7 J L% 4-7 IZ5R-7.
ZORNL, 77U A ORERERAETE, KEKFIZEENDLEME ORE
T TEBLT, AOoNEREGWEBREZET L ERERTE-.

bz &G, ROWERT 7 IV NI A OKEKEREBEELELTHEITHDL Z &
AT ENTE.

#%5-3 KEKICHTBATFIVILMIAUDHEORLMTMIBR

& 1E B o fiff #% R B4R 1E
BHITHE (RSD : %) 1.8 <20
ERNFEE (RSD: %) 3.5 =35

[ (%) 104 70 ~130

FL1:T2UNLMIFOOFEMBEIE 0.02 pg/L
2 AMERHAERE, E54TOSHEBELTEREL -
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x10 2

4
3.5+

x10 2

3.5
34
2.5+
2
1.5+

0.5

+ESI MRM Frag=160.0V CID@30.0 (443.0000 -= 262.0000) data-15.d
P e

AN

+ESI MRM Frag=160.0V CID@30.0 (443.0000 -= 262.0000) data-18.d

P e
*9.658

1 I I 1 1 1 I I 1 I 1 ] ] 1 1 ] 1 1 I
1 2 3 4 5 6 7 38 9 10 11 12 13 14 15 16 17 18 19
Counts vs. Acquisition Time (min)

B 4-7 KEABFMEWHABRTHEOSNAIMRM 2 AT IS L
EEE:BLEER TE:F272ULMUFDEMAKEK (0.02pg/L)
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5. 4. &
LC/MSIMS {EIC kB KEAT DT 7V M) AU STEOBRFTEHELNTZMAZ LTI

LY.

1) KOWECBIT 277V M) A U EEROREMRIL, 002 ~0.2pug/L O EHF T
B prEBeEAE o, £72, 002 pg/L 77 VL b U A SR D RSD (BF{THS )
312 LRI Thole. £, KoHiEOEE FRIEIX 0.0025 pg/L Th - 7-.

2) KEAK~OHEMENLEE (n=5, 5 H#) OER, OHMTHE 1.8%, BNKKE 35%, =
JE 104 % & BAF e Y MEMAE RN S O N, 2o, RoWERT 7 U v Y F v
DAKBEKEREBLELE L THAD THLZEERLTND.
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B3 3R

1) L ARRHBRERIA 2D 17 7 U0 b Y A2 OBS  GHERHE, M & A% o Hili,
8, 43-44(2012).

2) KEF K TORBIEENEGWVEE DI OWNT (L) : Fpk 27 FE 5 2 BIKE 5%
BIRGIERFT =R 2, AT @A,
<http://lwww.mhlw.go.jp/file/05-Shingikai-10901000-Kenkoukyoku-Soumuka/0000068171_2.p
df> (&M 2016-09-25).

3) KERIFFNL ARG AR  BREAIT 7 UL UL 2O WNT, A== TT b b
@iph, % 154 &, 2016 426 A 30 H,
<http://www.iph.pref.osaka.jp/merumaga/back/154-1.htmlf> (£ 2016-09-25).

4) FRZS N RFRR)I FdR I B T 2K E ORKEKRKDO A =aF ) 4 RRERSEOFEEN
R e, BA A R R, AR B, Bk R, KBRS EE, 39(5), 153-162(2016).

5) k7 m~ 7 T 7IEESHTFNT L D KE KT O/ v BERRFE O E S5O ML« H IR
KA, EARBER, ARBEE, BHAER, KEHBSMEE, 907, 18-22(2010).

6) AE KT DRIIHD LC/MSIMS —F ik OB « IREIL, ARBEEE, BIFRKLA
1, EAREE, BAZE, L+REW, RERFTSE, 27(1), 3-19 (2014).

7) KEKFDOAI ) 7By TP Ty hXFa— k@ LCIMSIMS — & ik OB % -
IR SL, APRE S, fEx RS, TR R, REFR YRGS, 28(2), 117-125(2015).
8) LC/MS/IMS IC X 2T D RY Z7F L AXKRKNY 7 ==L AXHH IR, BA

=, &I 95, EBEEEI, 42(3), 175-182(2013).

9) LC/MS (2 X % B85 /1 @ Perfluorooctane Sulfonate (PFOS) Dy #T : 4 KRFBH, 75 % &
Y, BRAFRERGVE X —4#, 2, 101-103(2002).

10) TESET VXA B RVRCBEROZEDOHEOREFIE]  RETE R 59 5
f+3% 12, <http://www.env.go.jp/kijun/wt_al2.html> (& 2016-09-25).

11) KEIEAEICEE T 28 5 Ol & K VKB 1 e 17 81 ]I 0 — 5 8 IE 500 NS K GE AKE & B
BULIHEFRHIZOWT : KEFHAGEREHA OMAT L, BIW 4, EETTEE EE
JRAKEREEE, ¥Rk 1545 10 A 10 B (f#/K ¥ 25 1010001 5).

12) KEKEREHFIEOZLWEFMYT A KT A4 DN T - BEAERBEKEREEM, F
Fk 24 49 71 6 H (fE/KJE 0906 55 1 5, S : ¥k 29 4 10 A 18 H {1 A K3
1018 # 1 5) .

>

125



BO6E TIFE—FHSFLZEMLLC/MS/NS
2k HKEBKRKPORRES X
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6. 1. #&E

RFEWE (HBrOz) 1%, KEKFOAY U EELEERKICHENZEORIERDE L TAEL D
TERWRHERET N U LAKBROBERFIZBIT O AMBK S THDLZ LR ERMLN
THY, KEKOWHHBEERYE L THEAIRLTND.

F7o, EENSAEHKE (IARC) Tix, RFEME% Group2 (ENADOREMENH D Z &)
WA LEDNAEZHEHL VDL &6, HRIZBWT b /KEKEEREERHICHEE I,
ZOFYEME T 0.01 mg/L (10 pg/L) EFESHLTVWE Y. o, REREET=41 v
T LOOKEREEEL LT, E&2FRME Lpg/L L TOSEKER KON TS, &6

2, RIBEBITOUHETRERICBWCEEICHRET 2 EHBRFIENRR WO, RUEEZ 8l
BRWEDICREMREZFRE=F) V7T 2LEN DY, BERTIEEDRD LW oiTriE
DRDHNTND.

BUE, AKEKPORBEROSITEDL, BAETEHEERE 261 5 ORKSE 18 (GRIE) |

xwf,4ﬁyﬁmvkﬁﬁ74—(mwﬁxbﬁﬁAW%%E%ﬁﬁﬁéRTméb.
ZOFEF, MEORWRBEA A% IC THMEL %, RS MY ¥ ARKLE TR
VU A-BBEREZEAL, ZR{WE Ak S, UV RiHE (268nm) TR 5 7k
ThHhd. LPLARns, ZosERECE, ORREOCHBAHERT L0 EE~OAMNN
EV (FEEZRLEN), OBRHEE Lug/L ARATH S (K6-1B3M1), OKFEHED Y
HEDNEEL WA NH D, DIC-RA M I T 2P EREORLAMERNZ LR ED WV Hh
O EERFETS.

150 mgo: #3 |CM Userstfi BB LELE _ 0001 o UV VIS 1
WVL:268 nm
3,
250+
2,00+
1
]
150+
J 2
w
100+ =
) g
I !
oso~ | 'r1

WW W“’\/vl uwvwhw’\m\,@

-0.50 1 ‘

100" T T T T T T T T T T min)
00 1 3 25 38 50 6.3 15 Bs 100 1.3 125 138 150

B6-1 ICCRRFMISLBAREEICLXIRFZBSHT (lug/L HERK)
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RFERIZONTIE, HRET IC-RA NI T AR EENRESNDLATL D, ERE
RNC-2 T LAV B3 HTEE (ICIMSIMS) & FI W T2 0 AT iE S st S 4L T 5. Charles X Of
Pepin 1%, m&E CEIRMEDO R W IC-# T 2AEBEHH e (MSIMS) Wi RFEME G
AP UBOSNEEZRE L, REMICK LT 0.05 pug/L O E & FIREZEH LR 2.
72, ®ADLIE, IC-MS LN IC-MSIMS & FW T, BREEH K OKEKTORFZRE G TN
0BT DR & AT o 7 Y.

LLAans, Zb0BEHR >N HiEE, £2T10 L EAOKBEEAETHY, B
FEBOERICKEFEVEORBLZTIRLTWIERGEChoT. £, WTFho#REITBW
Th, KEACKT B 00EOZLMEZFMIN TRV, X652, IC-MS/IMS & 11,
OEfliThHsdZ L, QUERNZIBECIEMIZRESND R EOHB DD, KEKRAE
HRIIZB T 28 KENMMEL, HRE S FRICHAENME W & W) BEERE D .

IC-MSIMS VE L D B ILHAMER mWAaHTiE L LT, LCIMSIMS 23 & % . LCIMS/MS 51
N FERE, JRIE, AR X, PFOS - PFOA (A# 7 v RIb&WEH), LAS (BBA 4 fimils
PERD) 72 EREx R H OSMHIEICISA EN T WS 1 0 F 7=, LC/IMS/MS $ 8 13 & Al 72 4

IHEENDA, EWARER ST AERNIEIL S, RAEREICK T 2ELERE . b
2, KEKEREEEHEE (~Noliig) OFRECHEH IS EAMICH LMD &V E#E
ST b TS 2

D, KBTI, LA E W LCIMSIMS xR T 5 72, ARMEE THE TE
LBEMMECTREDOmWREZBR MO A T AR ETIZ OS5 2 LR RER Y LT

T KRBT L (MBS A URZHR) 2RO KEKRTORFZBERESITIEDO R 21T 72,
Fo, KOWIEDOKEK~OZEWEZFFMLIZOT, METD.
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6. 2. BRDAXE

6. 2. 1. RE
BEMERERIR X, BREFR 0 1000 mg/L A= R 2 1 L, 5 0FT T 4°CIT R
7L,

LC/MS/MS @ OB EFIC H W =FHEEE 7 > & =7 A, FIYGHisE T34 S s 4|
FWEORT 2 b=F U AR LC/MS ST 26 H L 7=,
F o, BRKIZE, MIl-Q KEZ/HHL 7.

6. 2. 2. FIRAERUEH

AEHZ, LC/IMSIMS #EICEBEIEAL CTRIEEZIT > 72,

Fo, RONIEOKREF THWZ LCIMSIMS O JIE SR E, LTFo@EY Thsd (F6-1%
).

LC/MS/MS 3£ & o LC #5121% Agilent #E84 1260, MS/MS #5i21% Agilent #1584 6460 % i H
L7z, 4B Z 2021, Shodex #:® RSpak JJ-502D ~ /L F & — RH T A (WAH+FaA F o
M) AMEM Le. BENEICIE, 200 MM EERE T = U AKEEIR (0.1 %FmEA) &7
h=RrI AT MUEE Lz, 2B, TOMO LC KMAIEE 6-1 1R 7.

REMBOE=H —A A4y (HIBA AT 0By A4 2) X, E&EA AT 127/111,
MeRA A T 127195 DX T 4 7-ESIEZEE L. EVWEOE=F2 —A F 0%, &R
SO Ve BB, KA A 1L 83/67, WEEEA A 1 62/62 &, BALMA A 1% 79 /79
Z, WAk A A 1335135 %, MifEA A 1396 /96 Z®E L (WEE— KNI, £2TxH
T 4 7-ESI{E).

ek, HEWEORFREMICOWTIE, oL, HER, WHA A4, BieWwA A
VL AL A A v BiRER A A 2 D 100 mg/L O 45 FEHERE & E BB E LSS A2 AT o 72 (&

TSI SR T 3 Ak A U 1000 mo/L & AR L T L 7).
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% 6-1 LC/MS/MS I &H

LC BRI %E & ¢
ERRS Agilent 1260

A : 200 mM CH3;COONH3aq(0.1 % Formic acid)
BEH

B : CH3;CN

A:B=15:85
Gradient B : 85 %(0 min) — 85 %(9 min) — 50 %(13 min)

— 50 %(21 min)— 85 %(26 min)

HhILERE 40 °C
BBHRER 0.3mL/min
ERSHH T L RSpak JJ-50 2D(Shodex) 2.0x150mm
ETAE 10 uL
MS/MS &8l 5E & #
c L T Agilent 6410 LC/MS/MS
A1 X ViEhiE ESI(Negative)
Fragment BFE 100 V
Collision Voltage EEAF 240V BEAA 20V
Monitor ion BEB (EEA4A>) MS1:291(m/z) - MS2 : 179(m/z)

RRM (BB AA4>) MS1:366(m/z) —» MS2 : 202(m/z)

6. 2. 3. REBOHER

ERAEERT D700 RFAMERERIL, RFBBRERERK (1000 mg/L) 7 5HERAKT
0.1, 0.2, 0.5, 1.0, 2.0, 5.0, 10 pug/L D EIZFHHE L TIER L7z, WIT, SR L 72 AE R
ZREL, BoN-HEBEEE A THRERZ ER L.

6. 2. 4. FEIEER

KERK~DORGHIEDZK M ZFMT 57D, 5 HE, & 5 0HTORFBRIEER OGN
FHEER 21T > 72

B OB B (213, 100 pg/L FE#ERE 1 mL % /K1E /K T 100 mL (2 AR L L 7=
REE W, KEAKIE, ZEREREASFEMASHE (ZERET) TERELEZ.
mE, KEKICEETREORZEBRN/EGEND. 20k, WINEULEE & FKo 5
ITHEZATV, TOFHREEZREHCHWTEKEKO RFZMEEOZRKBE L L, @NE
WHKBRPOELNTEHERBRENPOZRBRELZLIWEEREL RFEBROBIMEINRE & L
7.
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6. 3. BRLEE
6. 3. 1. LCHODABREHDRE

LC/MSIMS #: & D 53l 7 7 HI2iE, —MByZ, C18 R EDWMHARNEEY 7 AR VWb
L. LML, AEORERNGE TH L RAMIL, IEFITMEOSEEMTH Y, BHE O C18

ROBES T ATITHEUICRFET 22 LIXTE R, 20D, RoHETIE, LC/MS/MS
EWEICHEATEIBIMEZAVTLREBROBY RN TERKICEA4RT VE=7 4
¥ &2 A &7z Shodex £ RSpak JJ-50 2D ~ /L F & — RA5BED 7 4 (i +[a A 4 oA
#1) ZHWTHRHNEZITH- -,

BEVHICIE, AT R RN T L DORFFNNIEFITROEEE A 4 OKEKIZE E
NWHILIEME) N~V T E— RKoBED 7 A0 OHERICEMT 222 HMIZ, 200 MM @O
HEle 7 =0 AKBERETE =PRIV EH W, ZHX, ~VFE—RZBED T 2N

WCHRGEME CHLMMBA A DERETHIL T, KMEORZFRORBFEND 2L 2V,
WESNDEFEFBROEY — 7 EHBEHEN/ NS 2T THD. £, BEMEO pH
NE L RBRNE ST, 200 MM OFFEET =7 LAKEHRIC 0.1 % (VIV) O X% HN
LT pH#AREZIT 2.

RO EILRE 2 82 LC/IMSIMS 2@ ICE AT 5 5L TH S, LCIMSIMS LTIk, B
A F MO EEZRET 2 EWENLEAAE L REBRORRREMEERD L, RE
MeOEEERICKREREEL RETAEREERD D, 2o, REHEARIE, 100 UL ® K
BEIEAETHI S TWS ICIMSIMS 3£ P X v Kigl2A 72 v» 10 uL & L7,

6. 3. 2. MS/MS AlIE&HDBRE
i) Fuh—YAFro®E
X 6-2 121%, RFEEYER (10 mg/L) ® MS-SCAN HllE (2 TCHKY T 4 7E—F) I
FoTHEBNTEMS 27 hL&ERLE., ZOKMNE MS A7 L THIE S L= 41
EXNEMORBBMENE AL 0K, mz127 Tholz. ZOAX7 L TR ST
E—27 O mlzix, REBOMD &L IWCHEYT L2 E0nD, MENSHEERT S
DT HDRZBELE LMORASA A ThdEEXLN, BALOHE YL —HLTH
D, TV Ah—HAF L ML)OEEH L L TRETHD EHW L.
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x10°

3.4
3.2

2.8
2.6
2.4
2.2

2]
1.8
1.6
1.4
1.2

‘I_
0.8
0.6
0.4
0.2

0_

-ESI Scan (0.256 min) Frag=100.0V 10ppmSCANQ0002.d
126.9000
112.9000 181.0000
J 1451000 SOV O |

50 60 70 80 90 100 110 120 130 140 150 160 170 180 190 =200
Counts vs. Mass-to-Charge (m/z)

H6-2 RFEBIEBEERD SCANRIEIZCEDEMS ARY LML

i) m&r vAF OB
6-3121%, REMERKDO 70X 7 M4 SCANHIEIC LIV ESNTZ NS 22T |
LNThHDH. 205, Fizm/z 111, m/z 95, m/z 719D TFa X7 N A DHE S

7»,, -
[N

OHERRIT, REBRO TV I —HY A 4> (Br0, :m/z 127 ) 2%, Collision Cell

WIZBWTEESFLEEL, BERFSPIE L7 Bro, (m/z 111), Br0 (m/z 95),
Br (m/z 79) OWEZHTH T X7 MMAUPRER LTI EEZ R LTINS,

x103

0_

-ESI Product lon:1 (0.224 min) Frag=100.0V CID@50.0 (127.0000 -> **) scan10PPMO05.d

78.9000 951000  110.7000
Collision Voltage : 50V ] m/z16 m/z16 ﬁ m/z16
— | —p —p *

x103

0-

-ESI Product lon:2 (0.226 min) Frag=100.0V CID@40.0 (1 000 -> **) scan10PPMO05.d

+

Collision Voltage : 40V !

94.]000 111ﬂ000 126.8000

x103

——
-ESI Product lon:3 (0.228 min) Frag=100.0V CID@30.0 (127.0000 -> **) scan10PPMO05.d

79.2000 94,9000 111.ﬁ000 126.4000

ﬂ

Collision Voltage : 30V | )

0_
x10 3 |-ESI Product lon:4 (0.229 min) Frag=100.0V CID@20.0 (127.0000 -> ** n10PPMO0S5.d
95.2000 111.000 1269000

Collision Voltage :20V 79.3000 '

0- M
30 40 50 60 70 80 S0 100 W 120 130 140 150

Counts vs. Mass-to-Charge (m/z)
6-3 REBEZEZOTOFY FAFUSCANRAEIZCE>THLAEZNS AR L

(FUh—HYA4F>:mn/z 121 )
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WIZ, 7=V ro7FaXr MM A OiiE: Collision Cell &£ (&4 : 10 ~50 V)
DB EITo T2, TOME, Yo X s b4 4> (mlz127>111) OJPIEFE 1L, Collision
Cell BEM 20V OWESMN, a7 ~A 42 (mlz 127>95) O I E 58 E 1%, Collision
Cell EEN 40 VOMMESRUEN Kb E -T2, —J, 7uaX s A4 (miz 127>79)
O M 7E 581X, Collision Cell &EJE 23 10 ~50 V O#iPH CHi{b 925 Z LixTE o /.

F7,6-4 12,01l ug/lL REMFEERZWELEONTZSRMZ v~ N7 T A& RT.
ZOMNG,6.4 SfEICEWNT, RIFRE—27BIRE AT 5 m/z 127 > 111 ) Of m/z 127
>950D SRM 7 e~ N7 T ARELNT. £/, mz127>95 D SMR 7 v~ k7 7 AlZ
BT HRFEMROSINIZT 148 THY, m/z127>111 D SMR 7 u~ b7 T AICBIT 5 R
FF O SIN L 148 Th - 7-.

bz tnb, BEBROEREA A ITIE Mz 127 > 111 O SMR 7 v~ ~ 7 F AN,
T, MERAANTIEIMZ127T>95 D SMR 7~ K7 7 A0 CTh D & HWr L7,

-ESI MRM Frag=100.0v CID@40.0 (127.0000 -> 95.0000) STDO00Z2.d
%10 2 |Noise (PeakToPeak) = 15.04; SNR (6.429min) = 14.8

< * 5429 2
2.54
2
1.54
14
054 N~ ~ — - LN —~n Y N Ay

-ESI MRM Frag=100.0v CID@20.0 (127.0000 -= 111.0000) STDO002.d
%10 2 |Noise (PeakToPeak) = 17.84; SNR (6.413min) = 21.2

4592 *6.413 2
4

3.54

1.5+
14

0_5-‘

2 3 4 5 6 7 8 9 10 11 12 13 14
Counts vs. Acquisition Time (min)

H6-4 BEHREMEER (0.lug/L) A SRM Y AT TS A
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6. 3. 3. RERLEETRIE
B 6-5121%, 0.1 ~10pg/L DR EHPH CTIER L7 RRMBEEKOMERZ ~T. Z DK
B, 0.1 ~10 pg/L DK EEELPE T BAF Ao EARME (R?=0.99996) 2SER 0 LTz,
WIZ, 0.1ug/l O B FMERERR Z v K LIE L TH SN B, EERZ2E (o), 100
(& FRM KOOHMTHZ (RSD) 2K 6-2 1279 . ZORNL, FHHE 0.102 pg/L (H]
EREL5%LIN), RSD 28 6.11 % & BAF 2 iR NS bz,
Flo, ROWED 106 12X 5 E & PRI 0.06 ug/L TH Y, 100 uL O K &E7EAE TR
HENTVD ICIMSIMSEE D L A% L N O ERE FIRIEZ 10 )L DEAFMETH D 2 &2
TE .

600,000 -

y =50142.21315x +117.34182
R*=0.99996

500,000 -

400,000 -

300,000 -

200,000 -

100,000 -

0 T T T T T T T T T T
o 1 2 3 4 5 6 7 8 9 10 11 12

B 6-5 LC/MSIMSZRICKARFMBEROKRER (0.1 ~10 pg/L)

F6-2 REBRFEXEROBELAEHR

AEHER (Ho/L) EE BRERE
EERBRE 106 RSD%
n=2 n=3 n=4 n (png/L) (o)

>
1

-
1l
a1

0.1 pg/L 0.099 | 0.102 | 0.106 | 0.109 | 0.093 | 0.102 | 0.00622 | 0.0622 6.11
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6. 3. 4. RERBLAFEVEOE—VDHOER

—HIT, KEAKICEK, IXTAESEFLE LB A 22 G0, HHEY,
HERBREOGFEEENDVRVEERTH L. 0k, REROEREICEEL KT TRt
Db DILFEWEIL, FICEEA A ThHD EHR L., ROk, KEKPOHFER
ERE, WHERE (HERIERY  REREEBET MY U L05HY), Wik 4, B{W
A A, WALWA A, BilgA A L RFEBE OSBRI ERG Lz, ok, HIERIIR
BRI KEEBEHHE CTHD. LL, EEOKEKF TIX, HWEBITIRFEROK 100
BREOEHVRE THEETIHBANEZ Y. 20D, ASWETIE, HERERAEROE
BICHEL RITTAREEND I FME & L.

4 6-6 1%, WMEGRERAICHRHE L2KEKEZRIE L, RFEELMhOLFEYE O EER
MEZRLEZ SRM 7~ I LThHD. ZOXNL, HEWE TH HHFER, WMERA 4
v, BAthA A, WAL A Ay, gL A ORFRRIIZE T, 4.6, 5.5, 8.5, 9.6,
18.6 WAL THY, REMEBUICHEEL CWDE I EANMERTERZ., £/, BohiR2HE
O —7 BRIZIBRGFTHY, RIEMOEREICKEKFTICHEET 2 HGEWEO KBTI D72
W& L T

5T, REHINRBVHEBRA A RN~V TFE— RSB 7200 LBHERTWS
TLEMRATERL. o2 &iE, KEKIEGENDEWE (B A A4 ) ORESIX
YNANTFE— RGBT T LD OEICHENTEDLZEEZRL TS, LEN-ST, KoMk
TAEARPORFERZE G ELTH, EEWERRUNEDO RIEBROTEREICEREL 5
HAREMIFI D nEB XN,
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x10 5 |-ESI MRM Frag=100.0V CID@5.0 (62.0000 -> 62.0000) test-0005.d

]
5
0
%104 |-ESI MEM Frag=100.0V CID@5.0 (35.0000 -» 35.0000) test-0005.d
1 2 ]
*9 528
/\ —EitmaA >
%104 |-ESI MERM Frag=100.0V CID@5.0 (79.0000 -= 79.0000) test-0005.d
2

-ESI MRM Frag=100.0¥v CID@5.0 (96.0000 -> 96.0000) test-0005.d

2 *1B.321 3

0.5
0
%104 |-ESI MRM Frag=100.0V CID@20.0 (127.0000 -> 111.0000) test-0005.d
112 2
*5.384
0.5 A —REXE

2 3 4 5 6 7 8 9 10 1112 13 14 15 16 17 18 19 20 21 22 23 24 25
Counts vs. Acquisition Time {(min)

X 6-6 KEBEKPORILMAAY, BitWAA>, WAL, BBRAAY, BEER
RURFEBOSMRIOI M SL (KEKICIIRFEERZ 1 pg/L (ZFEM)

136



6. 3. 5. KEXKADHMEINFALR & R LT

AKEAFORFEBROEIAR (5 AF, & 5 0f17) OEENL, JHTHE (RSD), =
WHSEE (RSD), HJE ([ENRFE) 2RI L, RoOWiEOKEKITR T 22942700 L 7.
#6-3 121, FoHEMBEREL L.

ZORMNL, HMTHEE (RSD) 1% 4.13 %, =EANKKE (RSD) 1% 5.16 %, H& ([HIULR)
X984 % & BIFRAERNE L. 2 OFE ST, ¥k 15 3R 8 &0 (/K 7 25 1010001 =)
B TEDONLPTHE (RSD:<10%) & ZUMWFFM AT A RT A4 " ORNKEE (M
P : RSD=15%) KUOEE (70~130%) /=T /R TH Y, RoHriEs & FER O IKEK
BRELELE L THD THD Z EBHRBTE 2.

Fo, K6-7I121F, KEKICEZBRABTMLEZAOWETH LN SRM 7 e~ N7 T
LER LTz, ZORNG, REBOWEICYEFELRIET L5 RIEEDEO ©— 7 13801 =
g, BREOEVWRIF Y — 7 BRIE L.

mE, ZUMEFMCHWEKEKPIZB TS REABOERARELEELTZLEZ A, X 6-4
R L7mEB Y, 0.22~0.35 ug/L #PH CTH - 7.

®6-3 LC/MS/MSEEASMEICLIRFTROZLUTAMER (KEK)

EUREAER1 | B2 | EUINHEERS | BINEER4 | BNEERS
BL 0.32 0.33 0.35 0.25 0.27
n=1 0.88 0.97 0.88 0.92 0.91
n=2 0.93 1.03 1.07 0.97 0.90
n=3 0.87 1.08 1.03 0.92 0.92
n=4 0.94 0.94 0.99 0.91 0.90
n=5 0.90 0.99 0.92 0.92 1.00
el HR B#RE
BHITHR B (RSD : %) 4.13 <10
SR E(RSD : %) 5.16 <15
BEE (BE : %) 98.4 70~130

1 REBAMEBEL L ug/L.
F2: MEEBIE n=505A8M
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x10 3 |-ESI MRM Frag=100.0V CID@20.0 (127.0000 -> 111.0000) sample-005 d
3542 2

2.5+

1.5+
*6.461
0.5+ |’ \

0,

x10 3 |-ESI MRM Frag=100.0V CID@20.0 (127.0000 -> 111.0000) sample-010.d
3542 *6.445 2

2.5+

1.5+

0.5+

2 3 4 5 6 7 ) 9 10 11 12 13 14
Counts vs. Acquisition Time (min)

6-7 XKEXKPORRMOSMRI AT IS A
(EB : KEXK (BL{E), T : RRBEEZRZFML =/KEK)

Concentration (pg/L)

0.40

0.35

0.35

0.30

0.25

0.20

0.15 . . T |
lday 2day aday dday dday

®6-4 KEKPOREFZED BLIE (n=5, b5days)
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6. 4. £&BH

AWFRICEI VBN MR L DL TIZRET.

1) 4y Bt Z 212 Shodex 1 RSpak JJ-50 2D v /L FE— K H 7 & G+ [a A 4 25 #1)
EHWDZ LT, KEKFPOIGEME THLEHER, WA 4y, Biewa 4, Hik
WA T RO A F v REBBOY — 7 JRERES L 720, KEKDEEEANN G
Lipoie.

2) KOWIEICRBIT D REBOBEMRIT, 0.1 ~10 ug/L DEEHH TR R EREEZ R L,
0.1 ug/L RFEMIEAER OOHATHE (RSD) X, 6.11%E BliFTh o=, Fiz, RuoWriks
D E & FRRAEIX 0.06 ug/L TH - 7-.

3) JKE AR O R FEOEMENL KR O R R, HFHTHE (RSD) 4.13 %, =EWFE (RSD)
5.16 %, FLEE ([EIUXR) 98.4 % & RAFZRAE RN O AL, ARONIEN R IFEWOKEKE B
TEELTHEYDTHL Z LR TE .
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B & XH
1) BAEGBAESFE 101 5 TAEER 4 £H2 HOBREICESS KEEEICHT 2485
Rk 15 425 H 30 A.

2) RGN AR 261 SIKEREEICHT 28 S OREICES S EEGTBRENTD
505k, PR 15 R (Rt E - SRk 28 42 03 J).

3) Electrospray ion chromatography - tandem mass spectrometry of oxyhalides at sub-ppb
levels : Charles L. and Pepin D., Anal. Chem., 70, 353-359 (1998).

4) Simultaneous analysis of disinfection bproduct ions with ion chromatograph-mass
spectrometry: Asami M., Sekiguchi Y., Inoue Y. and Aizawa T., International Water Association
3rd World Water Congress, €20880a(2002).

5) IC/IMSIMS it % F W T2 BREE K K OVKE K D o~ e 577 2 g oy B ik &t M SR e o fe - 7 L
B O NREEE], RS, IBEBATE, RS, 17, 363-375 (2007).

6) LC/MS IZ X % BR#EH @ Perfluorooctane Sulfonate (PFOS) @ 3#f : ¥~ KFnl, 75 k&
e, EFRERE S Z —4FEH, 2, 101-103 (2002).

7) LCIMS/MS & [l W2 EERIE IS K %~ v HEBR Sy AT ik o ket - )INE =], % 16 [RIER BE b
FElim i EE 54, 506-507(2007).

8) ks m~ ~I7 T 7 IEESHEFNT K 2AKE KT O/~ v BERRFE O E &1L O MESL R
Ko, EARER, ARBHEE, BTG, KEHSHESE, 907, 18-22 (2010).

9) A A U AFTE FIZH T 2 KEAKF O FEEFH O LCIMS 35 L U LC/MSIMS 738 O 7E
FERE DO RRAE « BIEMRA T, ADHREL, ARBEE, BAZE, EARER, EAEH, K

SHMERE, 931, 20-27 (2012).

10) LC/IMS/IMS I X 2K T D R ) 7T FAZARXKRRKY 7 = =)L AX5H « HINTER, &
ACOH, BN TE, EBEEN, 42(3), 175-182(2013).

11) faA A v REiEHEF ST ICET D LC-MS E~oIs M - bR i, TEEER, g
T, N RFFZ, HKE, MR =, BB, KiEHSMERS, 952, 2-6(2014).

12) KiBKFDOA I ) 7 B2 7Ty k8T a— k® LCIMSIMS — 5 43 BTk O B % -
INRFESL, AR, xRk, THRIB I, BREEFF 2GS, 28(2), 117-125(2015).

13) AKE R BT 28 5 O filE K OVUKIE 3 FE AT B A 0 — 5 o 1E 5 37 OV KE 7K B & BRI
BULIHEFHIZOWT : KEFHAGEREHRR OBA L, BIH 4, JFEAT58E EHE
JAKERR R @A, PR 154 10 A 10 B (f#E/K % % 1010001 5) .

14) KEKEREFTEOZYWFMT A K7 A4 DWW T A KEREE -
A 24 4F 9 6 H (fE/K3E 0906 25 1 75, MA&Ckib @ Pk 29 4 10 A 18 H i 384K 58
1018 % 1 7).
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BT7F LC/MS/MS X BHKEKPDIERES
& D &RE
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7. 1. #8

R, WKBECHBEA L THERHIND ZBIERERLXOREESRZBRT ) V20
DIETHERT DHEBRIERM THY, Frio, WHERET N v L2OEHRARIICE -
TiX, HEBOBRERSKEICER T2 MbA TS V. £, HEMLIL, Fimsko
FEEEAREEICLIVMAE —HBERE (30 ug/kg/H) BEH LN TR, MHEHEELEHWT
Ee, AEAKEAEMEEE (AU 06mg/LULF) EDLNTNS.

Ha & e O oy ArikilE, Rk 15 FRAETWE HoRE 261 SORIEE 16 © 2 (LT, TR
H) L) BV, A Frru~ T 7 (T, TICHE] L) TRET S LED
b TWad. L2orL, —BRICETIHE, K7-1ICR-L-@y, WMEBP R A 4 &
B A A ORI #E L THRET 2720, MERBCEENL2/FAN AT L OEST T LD
BARBMIZ L - T, FEWEZERBR L L TRRBITLIBZENARSL 2 EREMINALTWD

Do—F, HRETIE, FRALNEEMRE L THREShEZERAOHBFTEMRESATY
7200,
350+ 1”6(;510 #9 [CM Usersh' &= W LE L1 1605080 ECD_1
300+
4000 ﬁmnlw Unentf RELELE £©o.1
- 003~ ft
& I
250 ooeo! [
ﬂbm‘ B r 5
200 " /
1501 |
100+ omo;: N A |
. /
-50- T T T T T T T T T T T mi
00 25 50 75 100 125 150 175 200 225 250 270

B7-1 ICRICEAKEKFDERBOSHT
(RHPDEEMAL A > : 60 mg/L)
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HRIBICE D DB oHIEORFE L CIE, ®EE CEREOE W IC-Z 7 AHE
B Et (ICIMSIMS) Z W72 AT iE S Bat S 41T % . Charles } OF Pepin (X, IC/MS/MS
ERWew oo sk EZ®RE L, BHREICK LT 1.0pg/lL OE R FREA EB L -
.oE 7, ARSI, IC-MS KT IC-MS/IMS % IV T, BB R OUKE KT O A S
e 7 UG ORET 2TV, HEEBRIZK LT 0.5 ~0.05 pg/L O E = FRIE A2 EH L
7= 87,

LrL, ZhooBE®H Tk, B PICHEET DB A 200 pg/L ML F O &P T
BREENTHEY, EBEOKEAKICEET S 200 ~1470 ug/LOMIE O ERMER RIS N T
W7pv. F72, IC/IMSIMS #E 1L, OFichsd L, QUERSRHIEDILEWICRE
SNDZ LR EOHBICK Y KEBREKRE TOE KRR, WHERE S RV &9
BMEbHD.

A, KEARRLREKDTOAEYESE (~ofEig P2, PFOS - PFOAY, A= X 1)
JEIR Y LAST R L) oS IE, Wik a~ NS T T 4 — 14 0T AR RS E (L
T, TLC/IMSIMS 5] L) DA I TW5D. Zhi, LC/IMSIMS EIZITAKRE %2 A 1A
Fl7e LICHIREE TICHEBEBEICEATE 2 2 L OMEWE ~ O B HRME 0 M) E K E 2 IEH I
BENTWDLREDFEDDH DT ThHDH. F£iz, &L TIEL, LC/IMSIMS iEIL, ko @
LSO HAMEZIRT TnD . —MEAEERAKFEREHSITREI LT
HECEHKRBRIERFEAS (F8  MEE=, IoFe, THER, TiEE+, ks r,
w)PEE) PO S L, WO SV E A O Y e S EEN TRERR v L FE— R A T A
& LCIMSIMS & & fll & o B T2 KB K T D B FER 3 HTIE DG 2 AT\ 2 DR DM & R L
THY, FHFEZTER294E 40 L0 BRFZBOERENCRAS .

ZIZT, AT, SRETREEYE EEUIC OB CTE R WEERSRH SIS
BAOMERSTIEE LT, BRMEOE W LCIMSIMS %2 W ottis (LT, TARSE &
W) IZOWTAKBEKERAEL L TRYMOFIMAR IR ol b ZARMNRERNBE L L
DTHETD.
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7. 2. IRDAE
A

YRR, B Ak 1000 mg/L 2 4E Rk 2 fE L 7=

LC/MS/IMS OB ENHIC HWTZFEER T € = v L%, FOGHEE TR RK 4, ik
OCT7 b= b MZEBEREEROEE I v~ N7 T DB RSN Z#H Lz K,
A7 RS RMUOK UG 2 B TR L 72 Milli-Q K& vz,

7. 2. 1.

7. 2. 2. RBRAOHAR
MERBHIERBERED G EN TV DHIHE AR, ERIEICEY,

mg/mL D= F L o7 I U8RI L mL 202 T BB A2 1T - 72 ¥,

(VIV) 2L T EICEAL THEEZIT- 7.

FHRAK1 LIcx LT 50
WAz, R R R
K T 100 %

7. 2. 3. LC/MSIMS AIREHGERUEMEBEOEHAZ

LC/MS/MS #E{& & LC %5121 Agilent 2 1260, MS/MS #5121 Agilent 4 6460 %, 4y
Z X121 Shodex 4 RSpak JJ-50 2D vV FE— R A 5 & (Uit + A 4 25#) ZH L
=, TOMOPESRMEZT, REBOFRFEO LA DRLEREY, BALORE "2 5E
2, RTI-VIRLESREEZR V.

B, KobrikE, REEZRRK T 100 5 (VIV) AL T LC/MSIMS Il E 21T > T
5. 2o, REROEARREZ, UToEKXTEL LE.

HHEEBEEW/L) = EEBATEEBEL) x 100 ... 1)
= 7-1 LC/MS/MS BISE&#
EAE 10 pL
A:200mM BEBE 7 VE=Z D LKBHE(O0.1%XE)
B: 7 r,=FUJL
LC &8 ¥ Eh48
B : 85 %(0 min) — 85 %(9 min) — 50 %(13 min)
— 50 %(21 min)— 85 %(26 min)
nE 0.3 mL/min
A4 2ikEx | RHAT 1 T-ESILik
MSIMS 8  mgEs+> |EXRB (EE): 83567
(m/z) IERE (FER) : 83>51
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7. 2. 4. BERBRERTORER, SHTHE (RSD) RUBHEETRECEH

KT-1OWESGHETH LN EFBRIERER (0.2 ~100 pug/L) O & &## o B AH B R 5 % A
ML, EEUREMRENTONDEBERORERMPM 2 M Lz, £72, 0.5 po/L O FEBIE
Wik A 5 B IR LHEL, FHME, E¥FEE (o), JHMTRE (RSD) K OFENE & TR
il (106x100) Z & H L 7.

7. 2. 5. BRBLEAFEVEOE—V SHORER

F7-1 OWELRMICBIT DHEHER L KEKF OFIEREN &R A 4, WA A
v, Bk A A, BAA L EOGMRN AR T L2720, HEREZBMLUIZHRO I
F TN — 4 — (FEsh4 : Volvic) @ LCIMSIMS [l &#1T~7=. 7=, ~LFE—FH
BET T DI DIRFF I ORONEEEA A PNEH LBRE SN TS Z L DEREIT-TZ. Th
X, DB T ANICHTEME THDLHEEA A R ENER-T D 2 L TRIANE O ERE O R
FEn ey  MIESNL2EFEBOY — 7 HBEMEN/ NS RLZLEHTZDODTHS.

B, HIEMEOE=F —A 4 1%, RERISTBRMFORE Va2BEIC, Hikw (4
13 35>35 &, fHMEA A 1% 62>62 &, BALMA A 1L 79579 &, BRERA A 1% 98>98 %
BELE (WEE— KL, 2@TEXIT 4 7-ESI &), £EVWEORFERREIZOWNTIX, b
LU, Wik A v, WMl 4, R A A4, WilkA 4 D 100 mg/L O 4515 $E iR
ZAEBNCHE LR ZAT o7 (BT, FtHi#E T ERIEAER 1000 mg/L % A RFHHR L T
L.

7. 2. 6. AMEUEREERERHSEFTM

KB AN K U CHE B BRI MEIR O BN ENERBR 2 i 5 5 Z & T, ARONTIEDKE K
TORYUMEFTMLUZ., 2k, AP oBEFRBREL KQOFHVWTHEELE. £, &
INEL SR L, 5 0F4T - 5 A RO MR UBEIE M L7z

AN E I B BR A W 72 ZKGE K (HE 32 8 50 pg/L W NE k) 1%, 7K 3B 7Kk 1000 mL (2 1000 mg/L
R FEYE R 50 pL Nz A U7kt 2 v, FENCAEH L7z kiE K, —EHIRER
FREFEMONE (ZERBETH) THRERLZ.

ok, WHIEFEBR T N UATHEINKEKIITERBELILTEEND. 207D,
TSN B B B S M R L 0, M SRR R ARG &2 5 DFTIIE 21TV, T OEYRE %
REBHC AW KREKICE SN D HBREEEOZRBRME L L. WINECHEE L, #nE Y
RBRENPO/ONTTHERBENLOERREL ELIIWEEE L.
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7. 3. BREEE

7. 3. 1. ERBERXRROREROERKE

7-2120%, ROMETHONTHEFRIZEEROMREM (a:0.2 ~10 pg/L, b: 10 ~500
Ho/L) ZR"d . Z DX A 5, 0.2~10 pg/L D= FE P TR M L 72 B st o AR BIAR 0T 0.999
PLETHY, MEHRIZIEFLREREZAELTWVWD I ERHRTE. —F, HEBRBEEN
0pug/LLL Eic72 25 s, MEBROEBRMEIZIE LI Kb Z b otz. £z, MEROD
ERZ EFZE2BMC, MESREZEAR UL £ THS L TREROEBREO KRG 21T
Sl LILns, A HomWnWERERBOBLA 4 1%, ESI 4 F b TREITH
EL, AFVFENTYHF a2l —vay (A COBRBBRAKE) 2L TWDZ & BAHEN
i, 10 ug/L L ECHEUIZEREEZETIMRERIIBLI LI TE oz, 201D,
F 7-1 OWESMCIX, U 2B A T D R ER AR IR O e EFPH 1L, 0.2 ~10 po/L
FTEEXONTZ. 0B, RoWEEREE L 100 A RICHTHBE L THEZITY 2 &0 56,
G 7 i B ARG D B SN SR B O R R P IX, 20 ~1000 pg/L 272D, 2
OB OPREFPAIL, £iioKEKICHEET HHEFEREE (200 ~1470 pg/LY) I T
bV, Fio, WIEBOKLEMD 1/10 76 LHEE £ ToOFP (60 ~600 pg/L) =& A TW
L2&EM0, ERMOESWIREGGMLEE X .

i g iiliis
2,500,000 40,000,000
. y =236835x - 6390.9 ' b
a 5 35,000,000 H
R2?=10.9999
2,000,000
30,000,000
/ 20,000,000
1,000,000 15,000,000 .
10,000,000
500,000 /
5,000,000 -
L]
O T T T T 0 T T T T
0 2 4 6 8 10 0 100 200 300 400 500

ERBFERRE (/L) ERBRFEERRE /L)

H7-2 EEBREEROBKRER (a: 02 ~10pug/L, b: 10 ~500 pg/L)
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7. 3. 2. EXEBELEGERE LATICLI6TEE (RSD) RPN TEETEE

e 7-21201%, 0.5 pg/L O FRFEIEUER K Z 5 BlIGK LHIE L TH D 7z I E & R HE i
ELELEETRMAENRRSD Z/R L. 20OENMD, EHIHE 0.49 po/L, 12 %17 7% (6) 0.0222 pg/L,
DFATHEE (RSD) 4.56 % & RAF 72 R 2345 B v, Rk 15 4F iR Kl &0 (f /K 6 55 1010001 75)
) CEDLNDHITRE (RSD: <10 % (EMW)) %W L.

Fo, ZOHHEOREEE FIRM (106x100) 1% 22.2 ug/L Th - 7-.

®1-2 EREVRERBELARICLS>FHE, RERE, TETRIE, RSD

FHE (po/L) BERZE (o) EETRME (100) RSD(%)

0.49 0.0222 22.2 4.56

I AEER: n=5

7. 3. 3. #EMEOSEKRR

B 7-3120%, MEBEZBMLIZIXTIA T+ —F — % ROWELRMGTH LN SRM 7 1
~ NI T LhERL.

ZOMMNG, BWAERBIIRFRM 45 Sickticsnt. —F, AT OEEME TH L H
WA A4 TR PR 5.4 D FFITIC, BALYA 3 RFFEER 8.3 A ffiTic, Hik#A A4
PR FFRE[R] 9.5 01T, Wil A A PR FFRF 18.4 A fliic e — 27 B s TH b,
WL M E P EYICSHBEL TWD 2 LD MRTE. £2, BEHOMROELIEEC A
YRR ERTWAEZ LD, KEKICEHEENDILTEYME (A A4Y) OKREBIIX, ~
NFE— RGN T A0 DHEFEICHEHR L TWDLEB XN, 20D, REBRIIITOMK
A DL FEIC, AOHIETAREARTORERZBENE L TH, HEWESKEE O
FBOERICEBLEHXDAHEETVRNEEZOND.
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x10 4 |-ESI MRM Frag=100.0V CID@5.0 (35.0000 -> 35.0000) test-0006 d
92 *9.474 3

D.S_J&J—W

x10 & |-ESI MRM Frag=100.0V CID@?5.0 (62.0000 -> 62.0000) test-0006.d
2 a2

. U By

%10 & |-ESI MRM Frag=100.0v CID@5.0 (79.0000 -> 79.0000) test-0006.d

242 a
* 8.346

; fh —B{Ya1+> N

x10 5 |-ESI MRM Frag=100.0v CID@?20.0 (83.0000 -> 67.0000) test-0006.d

2 * 4.466 2
2 'ﬂ. —EEE
0
x10 5 |-ESI MRM Frag=100.0V CID@20.0 (98.0000 -> 98.0000) test-0006.d
2 - 18.359 2

: 5 o A

| 1 1 I ] I | I 1 I 1 1 1 1 1 1 1
2 3 4 5 8 7 85 9 10 11 12 13 ‘I4 15 ‘IS 17 18 19 20 21 22 23 24 25
Counts vs. Acquisition Time (min)

B7-3 EFBERMLEIRSILYF—E2—OSRM AT TS A

7. 3. 4. FMBERFABRICK B R YT

# 7-3120%, MR ER OB BEIGGEGRE R (RN E © 50 pg/L - 5 PF{T 0 5 H fH)
LM MMAE R L., ZoERNDL, JHMTHKE (RSD) 8.99 %, =WiE (RSD) 9.47 %,
B (FUXE) 105% & B 2RERR G LN, 2k, Pk 15 FiE @M (KRS
1010001 %) ' TEOH BN D PATHEE (RSD : <10 % (HEHEW)) & Z MR A A 5 A
V0 OB EEENEE (Y RSD=15 %) L EE (70 ~130 %) Zi-T/HETH Y,
ROWENEFRBOKEKEREEICHHAARETHL LA RTIENTE .

— 05, HoaiE (MIESRM - R 7-4) XD RBERAKZ AW 2 MRl (RINIRE 60
ug/L : 2 PF47 > 5 HRE) <Tix, DTk E (RSD) 8.37 %, =EWNFKE (RSD) 10.5 %, EJE ([A]
IER) 921 %AELH TV D Y,

LbEDZ Lint, RONIEDZYEWEFAMIEL, EREOZYEFMEIZIIFRRETH D Z
LR T E .
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®T1-3 KEKICHTIERBROFMEHR EZLHEMOKER

RER 1 HEk2 HEk 3 HER 4 HE5
ZRER (n=5) 83.0 pg/L 40.1 pg/L 72.3 pg/L 49.2 pg/L 44.0 pg/L
FmMEAREH 1 137 pg/L 90.7 pg/L 129 pg/L 104 pg/L 95.4 pg/L
FmMEAEH 2 132 pg/L 90.1 pg/L 134 pg/L 104 pg/L 88.5 pg/L
HmMEAREH 3 136 pg/L 88.5 pg/L 122 pg/L 99.2 pg/L 97.5 pg/L
FmMEREH 4 149 pg/L 91.5 ug/L 120 pg/L 100 pg/L 89.7 ug/L
FmMEAE M 5 134 pg/L 90.2 pg/L 132 pg/L 101 pg/L 100 pg/L
TEE A SRE#ER HiR{E
BrITHRE (RSD : %) 8.99 <10
ERNHEE (RSD: %) 9.47 <15
HE (BYE : %) 105 70 % ~130

R7-4 ICAREH

EEA Thermo Fisher Scientific #t#4 1CS-1500

AR 100 pL

BHh S L | Thermo Fisher Scientific ¥t 8 lonPac AS22 (R 4 mm)

A5 mmol/L (REEF + 1) o L
+1.4mmol/L REBBAKRFFIIDLEAKER

BHMARE 1.0 mL/min
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7. 3. 5. RAPICLIERHROERYE

4 7-4120%, R7-40HEFRMHICEDEREZHNT, EXE OKEK), BRI A 4~
MR G O EMEEEAZNE LA A7~ /T h&R L. ZORDNG,
ERETRHENTEERB P OHEFERO E— 7 121X, BbWhA 4 L3R 550 EN
WoTHEY, WMEBPEUIZHBTE TRV ERDIo T,

—77, M 7-5120%, [FUERE &EBRIEERZ KOETHNTHE O SRM 7 n <
FIT AR L., TORNG, Aottt TS TEEFEROE— 27138, @REOEWD
BT AR ESHERND Z LT, ERETHE SN EDE O E IR ST,
BIREOBVEF R E— 7 BRI EDL Z ENTE.

bz Lmt, RoWiEix, RHBICY T AREESTHEZH VWD Z & T, HRIE
TIXE N S BER AR FTRE R KB AR FOERMRO Y — 7 2 @O T 52 LN TE, #R
PEOBEWSIT FIETH L Z LR RTE

4505 , jﬁl%ﬁl
BB A
T Rt
[ —Riemrt
" OERBEER ) T
S e

H7-4 ICRICKPERBMAEDAIA>oOINTS54L:(a) BRH (KEK), (b)
BRIEMA A BERAOug/L), (c) EFREEBAERK (1.0 po/L)
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x10 4 |- MRM (83.00000 -> 67.00000) CLO3_test1705337_01.d
2 (a)EHE 1

1.5

0.5
N L
x10 4 |- MRM (83.00000 -> 67.00000) CLO3_test_STDO1.d

(b) BRERER A

2 25 3 35 4 45 5 55 6 65 7 75 8 85 9 05
Counts vs. Acquisition Time (min)

B 7-5 LC/MSIMS %Iz & 2HEERHMDSRM Y/ OT TS L:(a) ERXH (KEK), (b)
ERBIZEEB(L.0 no/L)
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7. 4. £&O

1) ROMEICK T 2HBEROBRERIT, EERIRE 0.2 ~10 pg/L GUEHRE : 20 ~1000
ug/L) O#iPH TR ZREMRMEEZ R Lz, £72, 0.5ug/L O HBREEHEANE £ 5 (Al v R L
BE L 72fE R, FME 0.49 po/L, Z¥H % (o) 0.0222 ug/L, OF1THE (RSD) 4.56 % &
BAZRFERPZ B O, ok, ROMIEOREE & FIRMIT 22.2 ug/L Th - 72

2) KEAKRFOMEFEREOERIMEINGER (5 0F170 5 B « WA E 50 pg/L) OFEE, DT
F&5E (RSD) 8.99 %, =W (RSD) 9.47 %, HJE ([AIULE) 105 % & B4 7o ik L0315
DAL, RONIENERBOKEKEREECEAMMETHDIZ EE2RT I ENRTE.
3) RoHTikL, MEERICH T LB ESNGE VD 2 & T, EaRIE TR BEDY K 7p
KEKFPOWEFEBROE — 27 Z@OIIHRET 22N TE, BREOEWOITETHD Z
ENFERTE L.
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B & XH

1) KEHRBEEFRBRT NV T LAORPNEDOFSE (Q&A), fHHEAN HAKEH S
ok 20 42 3 A .

2) BAEFBAE S 101 5 [AGHIES 4 552 HOBEICESE KEEECHETH D)
PRk 154£ 5 A 30 H.

3) BT A R 261 S KB LAEICEI T 28 & OBUEIT IO & R AT R E S E D
515, R 15 R (R UE - SRk 28 4 03 ).

4) WEAAKEKEREREEIE CHI L7 REMKBIC I T 28 FW oA £ = o R E
RN - A - gaRBN - B LRI - N - SRR - T R, R
fa 22 W& 4F- 3, 61, 383-388(2010).

5) Electrospray ion chromatography - tandem mass spectrometry of oxyhalides at sub-ppb
levels : Charles L. and Pepin D., Anal. Chem., 70, 353-359(1998).

6) Simultaneous analysis of disinfection bproduct ions with ion chromatograph-mass
spectrometry : Asami M., Sekiguchi Y., Inoue Y. and Aizawa T., International Water
Association 3rd World Water Congress, €20880a(2002).

7) ICIMSIMS L% W T2 BB K K OUKE KR F O o~Na 7o oy Brik LR E B o Rt - &
B, NREEE, RS, BEBAE, B, 17, 363-375 (2007).

8) KB K T DRI M O RFEMOERERAE : N2, B L REBF, WHAME, MNMAR,
KOKETS, HREMEZHFEHER, 59, 271-278(2008).

9) LC/IMS/IMS & [l W o EHEIEANIC K 2 e HER o riE o et - )=, 55 16 B ER b
T am 2 Al 2§ 48, 506-507(2007).

10) k7 m~ b7 T ZIEESHEHT K 2 KE KT O~ FEERFE O & &5 O ML - R R
KA, EAER, ARBIEE, EAEH, KERBSHES, 907, 18 -22(2010).

11) FaA F U FEEFICB T B KE AT O 2 FEEEE O LCIMS 35 L OV LC/MSIMS 43 HF O &
FGEE ORRE « BIRBRA 7, IARESL, ARBEE, BALHE, EAES, HHEE, K
E s HERE, 931, 20-27 (2012).

12) LC/MS 1T & % B BE " @ Perfluorooctane Sulfonate (PFOS) Dy #7 : 124 KFnBH, 75 k&
Y, AFREANE X —FH, 2, 101 -103 (2002).

13) LC/IMSIMS IZ X 2K T D RV ZTFAZRXKNREY 7 = =)L AX5H i), &
A OE, BN I, REEHI, 42(3), 175-182(2013).

14) KBEKFOAI ) 7 BT T2 Ty b7 33— kd LCIMSIMS — 7 43 #T 15 O BH %
IRRESL, ARREE, xR ERE, TR B, RER RS, 28(2), 117-125(2015).

15) TEEHT VX N_X B ZVAR U O OHOREGIE], BRET SRS 59 5 #
12.
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16) WERIEHEYE % 72 LCIMSIMS |2 £ % /KEKF O A 4 o FmisERl o B EA
IR, I AFe, TERER, PEBE T, mEEE, MRS, RATEE, REE
Bl 458, 30(1), 1-10(1993).

17) ~ Vv FE— KB 7 L% HWe LCIMSIMS B X D KIEKP O R FZEESHT « & )11 ],
NBFz, TEIER, TEsF, m&E, wRE=, BB, Sk, 65(10),
587-592(2016).

18) I v 7 AE—RI T L2ERVTERE I a~ N7 F7 7% 07 NEESHTRHC X D KEK
HORFERA A L BERRIE O —F AT E O RGN E], R E R, KRBT,
PEEE 2, KB W HEsE, 86(2), 2-12(2017).

19) KB FEHEIZBIT 24 D Ol E K OVUKE 1517 1R 00 — 5 S 1F 4 07 ONC K8 KB & BRI
BUIOEBEFHIZOWT : KEEHRBERTHE OMEGTIE, K4, B4 5784 f#EE
RAEEEE, ¥Rk 15410 A 10 B (f#/K %25 1010001 &) .

20) KEKEREHFIEOZYHFIMAA T4 o0 T  BARBEKERE @M, F
B 24 429 1 6 B (fE/KJE 0906 55 1 %5, fcA&ch ik @ SFpk 29 4 10 J 18 H A1 FAKFE
1018 % 1 5).

21) JKIEKE A EO Y RN - = H IR RS R 2 M,
<http://www.mec.or.jp/k_bunseki/cate/suido/w_datousei/>, (& 2017.07.31).
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FE8E LC/MS/MSEIZKDKERKBPDRIEY
474 o9k

156



8. 1. #&E&

KEFEKFPIZRADA T REENTWDIGE, &Y VLBICE Y KEKPIZRFER L
ERT B AREMEN D 5 V. RERIL, EEESAMEME (IARC) 128\ T Group2 (%725 A
DAREWENH D Z &) CHESh, BBPAMEEZERSATVWS 2. Zokd, AAOKE
FIZBWTHRBMBOKBEKEEHANEEINTHY, O EEMIT 0.01 mg/L (10 pg/L)
EBxEEN TS Y,

KEJRAKD A BB D RBRA A OEREL, 4V U EAR, BOGRR- &
KR OB A A L RER S BT D2 ERm b TW5 . Ajay Kumar 5%, A~
Ko RFEEBREEIL, RIEMBPE (ng/L) =0.31xZ AW A 4 B E (ug/L) +2.37 (r=0.78)
&%MW4ﬁ/&f&%wm%%M%rbt”.:@ﬁ%ﬂ%,m JFK DA LB L
ToKGEK DO RFBERPEFE 2 UM (10 pg/L) @ 1/10 VL E CREFEICEHE T 121X, KiE
JEKPICHEET D RAL WA A % 1ug/l 3T % THUE L TH KB L TERT 5 2
CHEHETHD.

x10 4 |-ESI| Scan (8.698 min) Frag=100.0vV SCAN_10p ..

09 81.0000

0.8
0.7 1
0.6+
0.5
0.4+
0.3
0.2 4

0.1-
59.1000 \ M
0 - |

30 40 50 60 70 20 90
Counts vs. Mass-to-Charge (m/z)

H8-1 EXEMEALKD SCANBIEIZE D MSARY ML
(RHEBREIX, EXORAMEE (79Br: 81Br=0.5069 : 0.4931) &IFIFE L)
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KB O RALA A v DL, IS, A A ra~ 7T 7% (LLF, TIC k)
BAVWDBNS Y. LvL, 20 ICEICE DR A 4 v REOE & TRMIT, KIS
1000 pg/L FHEARFTH Y, RFEMRE 2 LM (10 pg/L) ® 1/10 L)L E THREFEIC
WARKIRZERT 27200 1 ug/lL (RO R A A EESIIEI AR TH D .

KEFAKFIZBT 2R A A RIEE Lpug/L i E CEE DTN ARER T Hik & L
T, TRNETICICEL X 7 2ERESHTE (MSIMS) 2 A4 bE 72 IC/IMSIMS # ¥
RAFrrmu~ b7 I 7EEFENEGT 7 A~E®nHiE (ICP-MS) Z#lAdbHE T
IC/ICP-MS # "Rt &hTWna. Linl, TALDSHFER, EFICEM i AED
BWEBELZFENT L2200, KRS IEL L TERTL2OITHL V.

ZHE TIZTHRE &2 IC-MS/IMS 150 IC/ICP-MS ¥ X 0 AN @ W REE L LT,
Wik~ 7774 =127 LB ESHE (LLF, TLCIMSIMS ¥£]) BETF 6L 5.
LC/MSIMS 1%, a4, ~mfeie 9, B30, 2 X, PFOS - PFOA (At~ v #%
LamE) 2, LAS (laA 4 v RmiEAD) P9 kxR EB OSITEICRF S, #
HO S AFET D, £z, LCIMS/IMS HEE T &l 7235 @E I S 508, B0 RE
SHRAEAEENZ DY, BENORERBEICET2ERENE .

EH 51X, LLET, Z O LCIMSIMS i & MO S WL A O@E Y /sy BN A e~ L F &
— KB T h (MRS A2 H) Z2HCT, KEKFORZBBINTIEORT 21TV, R
RMOKEKEHRERLE L THEDTHS Z L 2R LE Y.

I T, RWMETIE, MEOESVEEM ZEUIZ o - EEOT N AIRER~Y AL FE—R
717 KT XKD LCIMSIMS #5352, & FRIE 1.0 g/l & BEE & L7 KEFRKF O BALY
AT HIEORMNEIToT-OTHET S
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8. 2. IRDAE

8. 2. 1. BE

i) REBEBRARLELYAFTUEBEER
MR T 3R B b A A %R Z (1000 mg/L) 1 mL % Milli-Q 7k T 100 mL (Z
ERE L. TO%k, @, Milli-Q/KT10, 5, 2, 1, 0.5ug/L T2 5 X 9 ICEREMIC
R 7=

i ) #EI4E
BENRIC A WICEEEE T v = U AT AOE MR TR IR KLY, T =YL
X AL LC/IMS o 2 L=, £z, FBRKICIE, Milli-Q KkEMH L.

8. 2. 2. AIRAERUEH
B I E 1L LC/MSIMS IZ B #EEA LT - 7.
# 8-1 21Xl L7 LC/IMSIMS JIE Stk % r 3. ZOMESMIL, EH 55 LC/IMS/IMS
CEDREMAFUNTORB THONEREZBA LR .
F 72, LC/IMS/MS Il & S D fc b O FRFEILLL T O ITHRFTEIT - 7.
& 8-1 LC/MS/MS BlE &4
LC & ¥E Agilent1260HPLC
SEEH T A RSpak JJ-50 2D(Shodex) 2.0x150 mm
BEME A 200 mM CH3;COONH;aq(0.1% Formic acid)
B4 B Acetonitrile
A:B=15 : 85
B : 85 %(0 min) — 85 %(9 min)
— 50 %(13 min)— 50 %(21 min)— 85 %(26 min)
hSLEBRE 40 °C
E 0.3 mL/min
AR 10 pL
MS/MS & EE& Agilent 6460
14+ FiE ESI(Negative)
EFEAL > (M2) Bromide ion : 81 > 81
BEEAA > (mlz) Bromide ion : 79 > 79
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i) RIEMA AV ERFEVELDE— IV DHORER

KEFKFICHFET D GEWE L R A DEYICHHETL TWD 2 & 2R
T570, HlROIxTNT4—%— (Volvic) 2% 8-1 124 E &M THEZIT -
7.

¥, WEMWEDOE=F —A F 0%, WA A 1T 62162 %, Hi{bW A4 1% 35/35
(RIS A A 17X 7 M A A V) &, FilgA 4 13 96/96 %38 E L2 (JEE— NI
ETARHT 4 7-ESI ). £z, HEWEORFERERIZONWTIE, Ho60nTH, BW
A A, WA T, WA A, iAo A4 >0 100 mg/L O 45 HEHR 2 {5 5 3 E
L CHERR 4T o 7= (42 7C, Fin el 38 T3 41 AT ik 1000 mo/L 2 A RFH R L TR L 72) .

i) RER (ERMEOER) AVICEHRYE, TETRERVFRSDDEH
# 8-1 O LC/MS/IMS I ERMETH LN RALM A A AF R OB EM (0.5~10pg/L)
ELARMEZ R L7z, E72, 1.0pg/lL DR A 4 U IEHER Z TRV IR LHEL, F
PE, EERE (o), 8 FRME (106) X ORSD (PHTHE) 2% H L.

8. 2. 3. FMEHE

KOWENKBIRKF ORI A A aHiEELE L TR LTI NE T 2720, HT
KIZHK T 2 BAL A A o ORMENGEER (7 §f17) 2 FEh L7z,

BALW A A4 > ORMENL BRI 1E,100 pg/L RALW A A AZHER S 1L mLfgRE L, #iF
AKT100 mLIZER LIZilE 2 Huviz.
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8. 3. HRRUEE
8. 3. 1. RIEMAALVERAEMELOE—VDHOKER

—REYIS, KEFRKICE IR TV EZTLE LB T 22 <G00, AlY,
HEBRREOGFHEENDRVGENRZ V. £ 2T, RIFRETIE, BIWA A4 OEEICE
B RAZ T AREMEDN & 5 IAF BT, FOBHFE K W O FA7E R BE DS BRI @ W, B E A A,
Wik A A v, BilRA A TH D EHER LT,

ZD, #8-1TxHLELCIMSIMS IERMETHE LN R A 4 EIGFEME L O
E— 7 OGBERNOERZITY, RALWA T OFEEE~DEELRF L.

X 8-2121%, HilRD I FT7 17+ —4%— (Volvic) ZHELTHESNZSRM 7 o~ K7
FomorLll., ZORNL, MESNRAWA F 13 kiFRRH 83 SffiETHoT2. —
T, HEMETHDHMEBEA A TR FFRERH 5.4 TS, S A A IR FERER] 9.5 4y
FHTIC, FifgA A TR 19.6 D fTTic e — 2 BSBH S, bAoA A4 LEvicsy
HEL TWD Z R Tl b, bk, EEMEORFRMIZOVWTIE, HHN1LD,
BA A A, WA o, Bk A Ao, BREEA A 2 100 mg/L D A5 K HE R 2 i B
TE L CHERR 24T » 7= (47T, Al 38 T 36 4R BUAT ¥E ¢ 1000 mo/L Z A BRGH B U CTHE L 72).

x10 ° |-ESI MRM Frag=100.0V CID@20.0 (98.0000 -> 98.0000) test-0006.d
2 *18.359 2

5] f\ «—Sulfate ion
0_

x10 4 |-ESI MRM Frag=100.0V CID@5.0 (35.0000 -> 35.0000) test-0006.d
i %9 474 2

«—Chloride ion
0.5 HH
0_

x10 & |-ESI MRM Frag=100.0V CID@5.0 (62.0000 -> 62.0000) test-0006.d
3_ £ . .
2 5.365 «_Nitrate ion 2
2_
‘I -
0_

x10 ° |-ESI MRM Frag=100.0V CID@5.0 (79.0000 -> 79.0000) test-0006.d
2 *8.346 2

4 ﬂ —Bromide ion ~18.352
od — /\

2 3 4 5 6 7 8 9 10111213 14 15 16 17 18 19 20 21 22 23 24 25
Counts vs. Acquisition Time (min)

K8-2 =EARINIA—E2—dDRILLDAAY, B4 A >, BIEVMAA UV RUVIEE
£4F>DSMRYP AT TS L
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Flo, REFENDVDBNRBA A BN~V FE— RS 7 200 HLBREBLTWS Z &
R TE 2. LANC O AT o720y, BN 7 DNICHEEME TH LA 472 &
WEET DL, WHMEORALMA T ORFEEN LR, MIEIND RILWAF D
B— 7 MREA /NS <722 . FilgA AL OWRHPHER TE 722 &%, £ 8-1 OHIESM
THRBHE KT EEND E\HA A L OIRTEMEO RN 0BED 7 2 DIEH S
ZEERLTWVWD., 2o, AoMEOEGEHNEICE TS, BRI A 4 oE®Icd
TWE NG ZDRBEBNDVIENW EERTENTE .

8. 3. 2. RItkMAFVDEEBAH Y

B4 8-3 (21%, 1.0 ug/L ® BALM A F AMERER Z P E LGOI SRM 7 v v N7 7 L& iR
T. 2O, 81/81DSRM 7 m~ K75 A® SINH (57.7) 1%, 79/79 D/ v~ s 75
AD SIN L (30.2) I b@Emroiz. £72, 7979 ® SRM 7 u~ ~ 77 AL, WE®R I
N—=R2AT A N ERBHMHENIZH - T

bz Eng, BAbMAF L OEREAAITIE, 8LUBLNHKE THDH &M LT

-ESI MRM Frag=150.0V (79.0000 -= 79.0000) 2-STD0036.d
x10 4 |Noise (PeakToPeak) = 628.72; SNR (8.354min) = 30.2
2 2

257 *8.354

0.5

-ESI MRM Frag=150.0V (81.0000 -= 81.0000) 2-STD0036.d
x10 4 |Noise (PeakToPeak) =311.08; SNR (8.347min) = 57.7

2545 2
%8347
2_
154
14
054
'«_\/—f‘—-_..._._,_,. — —— e e T

I I I I 1
6 7 8 9 10 11 12 13 14 15 16 17 18 19
Counts vs. Acquisition Time (min)

X 8-3 R{tMAFUBERDSMRYIOT MY 5L (1.0 pg/L)
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8. 3. 3. REWR (ERMOHER) YVITEHFRY, EERHRVUEETRECHS
8-4 1%, % 8-1 ® LC/IMS/MS Il E &k TH LN BALY A 4 R O R ER (10 ~
0.5pug/L) DRERZRT. ZORNE, T L7zBbW A 4 B o =EHEBEHRED 0.999
DETHY, BiF2EREZALTVWD I ERMHRTET.
£z, 1.0 po/L ORALW A A U EERE 2V IR LRAE LIERR, 821"t Es
v, EHIE 1.06 pug/L, FEHERE (o) 0.0251, RSD (FHEHE) 2.4 %t Bl R NG LN
. ok, ZoghiEOER= TRIE (100) X 0.25 pg/L TH - 7z.

Abundance
4,500,000
v =393,141.05663 x + 99,828.20045
4,000,000 { 2223000033 T 20202000 &
T R2=0.99988
3,500,000

3,000,000
2,500,000
2,000,000
1,500,000
1,000,000

500,000

ﬂ T T T T T
0 2 4 i) ] 10 12

Concentration (ug/L)
E8-4 RIEMAAUOBRER (RE : 10 ~ 0.5 pg/L)

®8-2 EtMAAEHER (1.0 ug/L) D#EIELRERHR

N B E# R (uo/L) THE RERE
RERRE 100 RSD(%)
n=1|n=2|{n=3|n=4|n=5|n=6|n=7| (ug/L) (o)
1.0 pg/L 1.08(1.07/1.07|1.02|1.04{1.08|1.03 1.056 0.0251 0.251 2.4
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8. 3. 4. HAMEIURFERR VR Y M

# 8-4 121X, 8.2.4 T L2 /AKERAK (HFK) (kT 2 RMENUGER (n=7) OfEE
R Lic., ZOERNMS, HTFKIZEBT 5B A A4 DOEILE 81.4 %, RSD 75 2.4 %L
BAF 72 BN GRBR RS R ARG o 7.

WAz, X 8-5 [ZWMENEREBRICTHE LN SRM 7 a~ h 7 T A&, T. ZOKNL,
MENHBR T/ ONTZRBIAEWA A L O — I BIRIZBRFCThHoT-. TR A 4 DR
MR A Tk, P ARKPICEENLIEEVEORELZ T TELT, AoMENREVE
RUEZHETLHZ PR T,

ZORERND, ROHEDR, HTF KR E O KEFAKTORCY A A4 2 &5 KD IC 1#£(100
Hg/L) & ¥ % 100 fEFE ARV 1.0 po/L (FIEDIREETHET 5 LN AIETH D .

& 8-4 7 hn[E] R & BR B B K5 & (n=7)

. BAMBE AERER [B] 4 3=
Log s n RSD(%)
(Mg/L) (Hg/L) (%)
- 7 2.34 - 1.7
ih T JK
1.0 7 3.15 81.4 1.4

10 * |-ESI MRM Frag=150.0v (81.0000 = 81.0000) Sample20009.d
77 * 8353

Fh . AN

5 6 7 & 9 10 11 12 13 14 15 16 17 18 19

Counts vs. Acquisition Time (min)

K85 MTFTAIDERIEMAA LD SMRY O NS L GEMEE : 1ug/L)
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8. 4. £&®

AWRICEI VBN E DL TIZEET.

1) 4y Bt 77 7 212 Shodex #1: RSpak JJ-502D ~ /v F & — K4 7 L (AH+ a1 4 2 25 #)
ZHW7 LC/IMSIMS I K0, KEFKFOGEWE Th LA 4, kA +
VRO A A E R A A DO — T SBENARE L 7o T2

2) ROWIEICBT 2R A A ORERIT, 0.5 ~10 ug/L o & PH T B 47 72 B R
PEA R L, 1.0 ug/L RFEMEEIR OATHE (RSD) 1%, 24% L BIiFCThH -T2, Eiz,
AROHTED E = FBRIEIEL 0.25 pg/L TH - 7=

3) #HiFAKTORAY A A OEMENLEAER (n=7) O#fER, [REIEL 81.4 %, RSD 28
24% & BAF IR R B F O NI,
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5) JIS K 0102 35.3 lon chromatographic method(2016).
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FGEE ORRE « BIRBRA 7, IARESL, ARBEE, BALHE, EAES, HHNEE, K
E MRS, 931, 20-27 (2012).

10) KiBEKFDOA I ) 7 B2 Ty kT a— k®O LCIMSIMS — 43 Bk o B % -
AINRFESL, AREEE, e KR, L+HRREW, BER¥AEE, 28(2), 117-125(2015).
11) LC/IMSIMS IZ X 2K D F ) TFAZRARKRON R Y 7 = =)L 2 X458 HIIEER, BA

=, &N 95, EBEEEI, 42(3), 175-182(2013).

12) LC/MS I X % B2 4 @ Perfluorooctane Sulfonate (PFOS) D 3#T : 14 KFuBH, 75k &
e, EFRERIE Y ¥ —4FH, 2, 101-103 (2002).

13) b4 A v RmiEEA 2 IZB T 5 LC-MS {E~o s A - dbs 6, TRRE8, By
T, MBFFZ, Wm&E, wRE =, WA, KiEihaMERE, 952, 2-6(2014) .

14) WEBEEHEME 2 F 72 LCIMSIMS (2 & % KB K T o A 7 o S i & PR A1 o0 B B2 T
G, R FEZ, TERER, TERE -, LW E, k=, AR, BREE
Bl 455, 30(1), 1-10(2017).

15) vV FE— KB T L% H W7z LCIMSIMS 512 L 2 K EKF O RFERSH - )11,
NAFz, TERER, PEE -, WEKE, mRE=, AU, St 65(10),
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FBLIETHRRIZEBY, BRRKEKREZMHRT D72DI120F, KEJFK KO KD KE
BT L 2RI (KB KR 0O BR 515 ek P01 73 @ AE Bl 0 2R L) O R4 23 3F &
WCHETHD.

L2l b, BIEOHARDKBEAKIZONT, BRBRKELMHET DO

(1) KB ARG G E DHLKR

(2) MERT AT L7 4 — Ny 7 FIEDOHESL

(3) AKiEFEMEKDfEE LW TR IR

(4) RABESHTEANE O RIE & o3 B BT o K AT K5 1k

REORE AR TEDEMERTHRIELRSIEDORBENARD AL TWND.

Z T, R, HEROGHIETIEEBIETHINT 22 &0 L 2o 7o KEKF O
wILFEMEICH L, kv~ N7 04— /20 F7 2EESHTE (LLT, TLCIMS/IMS
) Emg) v, AR TEMRARSITIEZHET L2 LT, KEFEKRPLZRRIKE
KEERDICHETELAZ LA HME LR EITo 7=,

B 1L, KR OE O E LS, LC/MSIMS iE7e E O, RO BB A R LTz,

9 2 ®(X, LCIMSIMS iE&Z W2 /KEIRAKFHD N T7FAAXEBEIRMN) 7 2= AKX
INTEBR R ORFINEZ R Lz, — RIS, AHA XA Grignard i3 %2 A 72 7 L
XAFHEERIICELD GCIMS IETHIESND. LrL, ZOoEREMERTE SR TR
AHELTHEY, FIC, KRREMTICBT2WEERITEETOERBECLELINST N
EDD, FBEKLETRORE LA RD LN T,

REORFOMER, TBT KON TPT & ZZ 4 1 ng/L WM L 7= ¥ K30k o [AI G BR T i
TBT 7% 100 %, TPT 7% 101 DO EIHEEHF L Z N TE 2. £z, KW HIEO B HRR
fE1%, TBT 2% 0.13 ng/L, TPT 3 0.10 ng/L T& » 7=.

LbEDZ e, LCIMSIMS 2 WD Z & CTHEl s L THHAX{LEH O
HENATRE L 720, METEMERL AR LG orIENEIRE TE k.

3 E X, LC/IMSIMS iE A HI W Te AKER KT D7 =V U iERB O RFNEZ = L.

—IREI, BREKTOT =V UoIEIEEMEE-T R v~ 87T T IERESIE (BT,

[GC/IMS £ Lg) THIESLD. GCIMS IEDORIEX, REtZ2 T & b 7x & o FHEEA

WINPT HERNH LT, EHEMEREORLAENMLETSHD. L, Z ORTLIEEC

AEIRREREBICE N D T2, ZOTRTHEBEMEOT =V U3 L CLE 5 ATREMEDN
HV, AILEBEC-EORENLETH - -,

AREOMGFTOMER, 7=V VEEKRO KR ERIL, 0.05 ~2.0 ug/L O EFFH CRAF 0 E
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MIENEONT. F72, 0.05 pg/L 7= U EEREWE O RSD(JFATHEEE)IX 6.1 & RA4FTH -
. BT, KIEFEAK GAJIK EHEAR) OWRMIEIGRER (7 §F1Tx2 [B) %17 o 25k F, [\
ILHE A 98.5 ~103.4 %, RSD 7% 3.91 ~6.3 % & FEFICEFRMERN/E LN, AoMiENER
BB oT7T =) Ut LTAEMTHL Z MR TEL. i, KaotriElx, BRE
B oERE (FEMEME-GC/IMS %) L L CHEHMEMHETREAAKR TELZ2E1b, 7=
AT ORGEAL D FTHE & 7R o T
ko zZ s, LCIMSIMS 5205 Z T, 7=U »OEEMNERI LTV 5 EHE
i TEAEKETE, AETEMERR T =V U ofERHBE TE .

% 4 TX, LCIMS/IMS 35 % H - KK DA A 2 Fm il PEA 3 AT 5B 2 O it N A
R Lic. —RES, BA A R EEEANIEMRE-RE s o~ 87T 7 0 —1E (EER
HEs) CTHIEEND. LnLl, ZoaiikiE, B4y RuiEER S~ EEIC BT 5 |k,
AKEAKRFIZHEEEDE R LGS, MR TR DH. Fo, KEFEKZR SRR
IR IZRIGETE D K912, EHEMEELER LR ESHTEL RO LTV .

AREORF OFEE, LCIMSIMS JIEIC L DEHT VXL 2kl (LT,
TLAS) &BE) MIEBREDOA A F T Ly a v, KEKFICHFELETDHLVY T LA S
VICEKR L CRAET D EEMB L. 0D, LAS-CI0~C12 O N ERHE #EY E 12
LAS(C™)-C12 %, LAS-C13~C14 O N EBIEAEYEIZ LAS-C8 ZH\W T, 4 LAS DA A > ¥
Ty va K OMEREDIKRTOMEELIT T2, ZOME, KEAKITKH L THATHE
3.54 %, EWNIEE 7.47 %, R R 95.2 %D 2 4 HFFMh 2515 b v, JEA T @A 2@ 25 1K
EARKEREFEOZLEFMAA T4 ) OREMBEW LK.

bz end, BIRWEREW LCIMSIMS IEEZ WD Z & T, 24 4 2 Rmis kAl ok
RER M EL, 2o, EMAMETEREAZEM L CRERSITIENHE TE L.

05 X, PRk 29 4F 4 AICEAFBEICE VT, M EEKY 2 MR REICK B
ENTZT 7 VN R U FATDNT, KB KK OKE KOG GRG0 B e 48 2 H I
R HTIE DO 21T - 7.

REORFTO/E, 77V /0 U A OBRERIT 0.2 ~0.02 pg/L O R EFPH TR 72 E
MENE SN, £72, 0.02ug/LT 7 VL b U A fEAEFEOPHATHEIZ 1.2 % TH - -,
61T, KEAROBMENGE (n=5, 5 AM) %% L, 24234 L 728 %, DT
£ 1.8%, ENKEE35%, HEE104%E LICEFREREME L.

bz ent, B2 E#EEAT LI LN LCIMSIMS iEx2 Hnwsd Z & T,
TEMERRT 7 VNV MY A U ITIERBRRE TE .
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% 6 X, LC/MSIMS Z JH W 72 KB K T 0 B FE AT IER OB 2/ Lz, — i
REBIIAA 70~ NI T L-RA NI T LRI EETHE S D03, O E b H
R 2#EEAMN, QERMBRIUEE, OLFEME BN KEE, @EEOKNLAMELR EORMERN
fFAELTe. 22T, KETIE, B¥A A NEUICo BT~ VT E— NN 7 4 (G
M+EaA A ZH) & LCIMSIMS iEA fAd b5 2 & T, il TEMEre e & EEE T iE
DB EIT -T2

KEDOMRF O/ K, RFBEIL, EHRE, WEA4, Ribaar, Bk 4o kO
WA A LW TE, E—2BRbBUGThHoT. 7o, REBOMEMRIL, 0.1
~10 pg/L DO EFPH TR ZZERENSE O, 0.1 po/l R FREELE MR O DFT R EIX
6.11 %L RAFThHh oo, EHIT, KEKDOIWMENGER 217 > 7o/ R, TR 4.13 %,
ENFEE 5.16 %, HE 98.4% & bIZBAFRFRNE LI, EAEGBENEMT D TKEK
BREFIEORLRETAMT A R 74 2] O HEMEZ Lz,

¥, AROMTIEIL, ZHUE T LC/MSIMS IETITEGIZ 7 v~ M BER R Ch o 72
AF N LTCIHEFICHD 2T FIETHY, LCIMSIMS IEOREX G4 REL AT H Z
EWARE L T2 o T2

57 X, LCIMSIMS & W - KEK R OB FEB AN IERBE OB 2R/ Lz, — i

WHEBRIIAA 70~ T 71 (LLF, TICHE)) THIESH, @EOKERETHNIT
HERRICHENELD Z L wn. UL, £TEMERZSEENsRE T, HHE
RN RACA A LA A OMICE#EL THREL, BEBEZRBT LI BTN HD.
ZZTCARETIE, H6ETHE LEZ~YLFE— KBS 7 LA+LCIMSIMS % W5 Z & T,

WHRBORRELRM EL, LETCEERRDITENRBEZITo 7.

REORFTOFER, HWHEEOBRERIL, EERREE 0.2 ~10 pg/L (FUBHEE : 20 ~1000
Ho/L) DIEEHIPE CRIEFREMRMENE LN, 72, 0.5 ug/L HEMEAER (n=5) OMHD
RUBEEOPATREE (RSD) 1%, 456 %& RIFTh oo, S 5HIZ, 7KK OGN ENIL 5B
(50 pug/L, n=5, 5days)Z 1T > 7=fi K, UFITHE (RSD) 8.99 %, =W (RSD) 9.47 %,
BHE ([EILE) 105 %E BFRERSG L, BEABEESEM L [KEKERE L
DERYWEFMATA RT7A4 ) OBREMBORHBNTS 7.

UboZ e, LCIMSIMS 1L, 44> 7 vu~ b7 F 735 TiEsyBEAS KN % 722 KB K

WHEBOY—7 ZHMUIIHRIHT 22 LAETHY, BREOEWSITIETH D L3
mTE .

% 8 ® X, LC/IMS/IMS Z# T, E& FIRME 1.0 pg/L OPEREEFH 5 2 KE R AKH O HAb
MAF o DEOREEZRLT-.
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KBJFAKFIZRALDA T B EENT VDA, 4 CARBRIC L0 LBRKHFIZH D A
NEWRBEMBEART DA REENSH D, REMREZ EHEEO 1/10 BEE T 51210F,
KEFRKF ORI A A REZ Lug/LfFEE THELRDN LAY VAU OEERE B4
LZONBEBTHDL. LnL, BIEWAA0E, —BEOICICETRHESRLDD, TOE=RTF
FRAE 100 pg/L 135 Th v B RERIRE 2 JLUEE O 1/10 F2EE RIS 2 5 72 D O i /K AL P45 L
DEELW. 207, E& FRMME 1.0 ug/L O #FH 7= b A 4 o kOB 21T - 7=

AREORTTOFRER, BAAWA A4 OBRERIZ, 0.5~10 pg/L O & PH © B A 7 Bk
Zor L, 1.0pg/ll BAbWA F A AEEE OGHATRE (RSD) 1%, 24 %L BRiFTho7o. &6
(2, MR KOBIMEIGER (n=7) 24T > 7fh R, [IXER2Y 90 %, RSD 2 1.4 % & BAfF72
RN,

bz nd, Fe6RmIHEBLE~YLVFE— R8N 7 L+LCIMSIMS k&2 W5 Z &
T, EE TR 1.0 pg/l O EIEE T, HE T E MG 2R AGE F K T O ALY AT iE A B T
7.

LLED@EY, RO FIETIEONIT DL - 7 AGE KK BEAK (BREEK) hoREAE
WEIZDWT, LCIMSIMS iEx WD Z & CTHRENORER S S8 ATRE 72 FIE OB % %
fTHZENTE. R, 2R ETLC/MSIMSIETIT#EEIICZ v~ hyBERREECTH - 7=
TEREA A TR L CIRFEICHE D RO FIENRRE TE, LCIMSIMS DO HIER S % K& <
N H 2 ENAgE L 72 o T

R LOREIT, KEEHORBEEEOR ELEREHENEINSES 2 LN TE, K
FEEPLZERKERKEEZHRICERTEL2bDLERD.

Fo, KT Lo FIEE, B RTHHRKEBED 32T T2 <, HEK -
KR - B - EEEEOREEESIMICLICHARETHY, EoBForetkm LI
5952 LM CTED.
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B EEMRX

* LC/IMSIMS (2 X 2#EKFTDORY TFILAXKORRNY 7 ==L ARS8« HIITET, B
B, BN 95, BRBEHN, 42(3), 175 -182(2013).

s NVFET— KA T L&EHAWTZ LC/IMSIMS ¥EIZ X B KEK T O RFEHSN - H)INEEF,
O#F2, LEEY, PEE7, (LEE&E, Msek =, BAIEE, 24815, 65(10), 587 -
592(2016).

* LC/IMS/IMS (2L B KEARFTOT 7V KU A 3HiEORG : &G, A B, #E
Ritt, B G, WAEDE, & B, BREEHIN, 45(12), 650 - 655(2016).

- NESFEHEY) ' 2 N 72 LCIMSIMS 12 & 2 KE K H O FE A A > 5 36 M4 O B 823 AL
wIEE, I n#Fz, TERIER, RERE 7, LH&EE, B, B, RERF
£3E, 30(1), 1-10(2017).

- Determination of bromide ion in beverage raw water using liquid chromatography / tandem mass
spectrometry (LC/MS/MS) : Koji FURUKAWA, Makoto HASHIMOTO, Satoshi KANECO,
Studies in Science and Technology, 6(1), 67 - 71(2017).

* LC/MSIMS |2 X D 7KEKF OMFEBE pHTE - &)INESR], N nFz, THRIGH, PIER 1,
Vepkso ¥, Medes =, BABIME, BREFRFSE, 30(6), 365-372(2017).

- Optimization of analytical conditions for Rapid Determination of Aniline in Environmental
Water by Liquid Chromatography / Tandem Mass Spectrometry : Koji FURUKAWA, Makoto
HASHIMOTO, and Satoshi KANECO, Analytical Sciences, 33(10), 1189 -1191(2017).

- Novel coordination chemistry of monopositive metal ions in the gas phase as studied by the laser
ablation-molecular beam (LAMB) method. Reactions with ammonia—acetone binary clusters :
Koji Furukawa, Satoru Nishio, Akiyoshi Matsuzaki, Hiroyasu Sato, Journal of Photochemistry

and Photobiology A: Chemistry, 124(1-2), 9 - 14(1999).
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BEMWX

cKEKFOINE T BT Ia=)b 7= LY LCIMSIMS —F D iEDB R & %
YPEFEAL o NAREGL, ARHEEE, KE®E, KFNE—, KNG, ZE0, AEEEK
17, FERREH, MEER, HINEE, Ma®s, Sk, BEBE, RBTE, BAR
20, LR B, KiEWHSMEEE, 85(10), 7-21(2016).

cKEKRKFDOAI ) 2 BTy - V7 Ty k- XTF a— b LCIMSIMS — & S T iE D % 24 M3
fli = /NARFESL, AMRHEE, WHRER, KFHE, =07, FAED, KEmiE, K
FHE—, BEARSH, REBR, PHILE, MaEn, HIGEE, BAZE, HITHE,
B HE, MH R, REFSE, EAMFREEA, WAL, BWEEHR, LHERRP, RER
45k, 29(1), 3-16(2016).

s KEARKFOT VR X =K« VKRS — K - AMPA @ LCIMS/MS — 7 53 BT 15 O %% 4 1% §F
filfi : NARAERL, K THEERE, AR, EARE, HFEI, ZAHBA, DR, EiEE,
AT, REEARAT, FEERG R, AR, MRS, HINEE, BAZHE, WITHE,
AR HEEE, E+HREBW, RER S5, 29(3), 137-148(2016).

G 7 u~ N T T 4 =K DBKEKRKFORLVLAT LT E RBEXO T T LT B KA
ey AT VL O BR S & 2 4 PEREAN - /AR SL, SR, INEA A, EARMM, NBER,
&M, MEIT, WG, RS, EEBY, KFE—, WIEEE, E Rk,
MATOLEE, A, B E, B, EEEE, K, ERER, ARBHEE,
AHEEH, KERESSH, 39(6), 211-224(2016).

cEEKI e~ N T T 4= T AERSNICE DKEKRTORFEEA A WS OR
R M PEREAG - N ARRERL, NREE], R ERL, PJIMES, R TR, SARE, |
B0, A )IE S, PROLAEE, TERIER, mAEE, LEM BV, SR, A AR
T, IR, NBEE RS, HER, M EE—, WA, BT, LA, ST,
KAMRTE, THAKMER, ERERHE, BEEHE, LHEREH, KEREYSEE, 40(6), 223-233
(2017).
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KX OBEICHZY, Z KD THE, ZHiEZBY £ L2 ZERKPRERE T2
R HR T BREAICLOLLEHFHOEEZRELET.

AREFFEICES L, MAAEBEREEEZBY £ Lo EAESBE B LKA A5
AT TSR AR —E BE IRELELE, —REAEASERKFEERER S ICRE
ENTVHIHMEKRBRIERVNZESTBOMKKE =ZEEMK, INnHFZAZEERK,
TREERZ B, PRETFZEMR, KRB, —BRAEEIE A 2 E G K6 AR S
DR BB FERE PIBEFR KIBOWSHRRCLILDE#HOBERL ET.

AT — M FIEANZERBREARLSFEATIToLbOTHY, HROMSEE5 2T
EHxFE LA FERE A B (BUHERE), BERE B EHR, HHEEE WAREME,
PR AR ERE, A s TRk, HERE - oMME FIEBIMRE, 53
Broffg s /AR Bk, FEMEHME WEHEEEE, BREDEEMMHE K LEagk,
AR o HTAR AR EAR, HOBERHLER, B EFEAR, KO EMER, AIBRKAERE,
NGB A%, /ANRERERE, AT ARk, AT AR, BEELK, BB WED
B TRE T — A SARELE, WADERZR D VI HEME WH— 28k, TRE
SYMTRRIREE EMEARR, BN SR, RWRAKE, BESAEE T, BEEPAR,

—HFEEZF LD FEERANOLETOFHITEH#HZ V2L ET.

T, FEARBRICHETHOEBE 2 H X CHZE L - ERXKZ LR #
e RO RR, Jr SRR L e 8o I R AR, St ZHERF L P F o ramfE R
PR AR KR BRSO DEHE VW L ET.

RBICARTFRICH LCTHE T, B BrEHB O IHME TWRMITEHZ N LET.
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