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Component Analysis Result of PM25 in Okayama Prefecture (FY2016 ~ 2018)
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[Key words: Fine Particulate Matter, PM2.5, Mass Concentration, Component Analysis]
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v & —4EHR, 35, 918, 2011

FROBERE, TARAIC, BRI, SRR S
BB O RKGRWE T 50078 (UMK IR
HPM2512 & 2 KAGG ) -S8H-, i 11U BR 5 fr
vy —4EHR, 36, 18, 2012

MOl AR, AR B, BPRT B NI B, SRR S
BRI O RSGIG GBS 098 (B IRL -1k
HPM25IZ & 2 KI5 H) -59%HE-, Bl 111 UL BR05 f e
vy — 4R, 36, 9-16, 2012

B, HIEFEOR, EEEM, BA R EHRENRS:
B LU T 02 3803 & /IR IR B D B 73 D FERE LS D
W, IR R > & —4EH, 39, 19, 2015
B, HIEFEOR, BEEM, B R, EHRENRS:
B LU T 02 3803 /IR IR B D B 73 D FERE LS D
WT (5280, BNV BRBE R v ¥ — 4L 39,
11-19, 2015

U], MEEK EL R, PR K EHRE
W5 R IR 28 5 0 KBS IR IR 0
FENGIENTIZONT, BRI BREE IR > & — ARk
41, 5-10, 2017

EFEER, (NS B, rBFm e, B9 %, EAGEw S
B LA B U 2 /R - IR B 0 ik & CF
JR294E L), RIIIR BRI IR £~ ¥ — AR, 42, 18,
2018

U.S.EPA:Positive Matrix Factorization Model for
environmental data and analyses(2014), https://
www.epa.gov/air-research/positive-matrix-
factorization-model-environmental-data-analyses
(20194E6 20H 7 7 £ A)

B - MR IRWE (PM25) DT A N
74, 2011

BRI RV IR B T E < = = 7 )V
IROTRMEE, 2012

EWE  RAET V-85l L7y —ET -, K
ABRBEARE 46 (4), A53-A60, 2011

KWAER, IHNIEAS @ PMEFE % H 72 fu R F- IR
B (PM25) OFEEIRFS OHeE, iR B
WRYERTAESR, 18, 10-17, 2015

R ECE, AT AR, PR EIRICBU S
PM250D S L IR EMT 2B 5 2 WF J8-2 D 1-, Sed L BR
Bibige o ¥ — %, 7, 17, 2016

EILERERE > 2 —F]R

21)

22)

IR HISE, AR —, ) FFME BEEAEA ¢ AR IR
B B UM IR E (PM25) RO FEREE,
1 P VAR BR BT JE T 4R 3, 43, 93-98, 2016

SRS, WaHsET, JLREE, NREZ Lt
Ty =TIV AV REARTIZ BT 5 PM2558 R
FH oM E-HER E ORI X BB/ s Y0 i
BN, KRABRBRE 52 (5), 2017



HILEREREE > 2 —F8| 43, 17-25, 2019

[FRAEMRE]
SR AT O O ST O BT B 5
—3-70u2-7uXy1-F = VOKESHEDOKES -
Study on the development of analysis method of chemical substances at the time of water quality accidents

—Study of water quality analysis method of 3-chloro-2-propen-1-ol —

WA R], KA, WlSel, g ORER)
YAMAMOTO Koji, OTSUKI Fumihiko, URAYAMA Toyohiro, YOSHIOKA Toshiyuki (Water Section)

£ F
BREFFEAE I D & IR O KRG 8 2R % BRI IE L O T K DG 8 1 AR D BRGNS ED LN TV BH13-Y
ran7asy OSRERYY THh37ua2-7axX Y1 F —VonT, KEREOBRESTEZRE Lz, 3-71
270y I — VIZIEER MR E LTy X327 0027 axy 14— VEN N v A3 700270y 14— (D
TEREN [T 2K, [FT Y AK] L) AT 5o FEMILE, TAZa~ b7 I 7HRGHEICHTTAZ L
XD, BB RRAEDSY 24639 ng/L, b7 ¥ AMK34 ng/LOEEEE & R SHTEZ BT 5 2 L AT & 7o WK K T
WK% 7230 GRER O MR 1X, 2y ZARHD395 %, 87 %, T ¥ AEH80 %, 79 %L BIf2iHRTH 72,

[(¥—7U—F:3zpu27uxr.lt—), KH 13-¥Y7uur7axy, GCMS]
[Key words : 3-Chloro-2-propen-1-ol, Water quality, 1,3-Dichloropropene, GC-MS]

1 [FU®IC (B)3-7uu27u~y1-+— (b ¥ 2K) : Fhhlise

M v 7 — I Z R SRR BT 20020, I
oL WEE IO AT R0 Hl O B#H5 2 HIZ,
TR, BREEADENM S LAY BRI R A IS L
AL B O Fr B 53 M 12 B 76 I OV BR B vh IR BE D B AR L2 IR D)
HATVD, 4l K27 ~ 304F BEAL 22 B B b S g
T30 u2-70 RV 1-F = VOKREFHBIZDOWT
MeEt L 7zo

37 0u2-7aRylF—iE, RIERAREICHES X
NS RRIE O K E T E AR B BRI ] OV T K DK E
HEICRLEELENZOON TSI Y 7uu 7ru
Y DOGRERY Th Do APWHICIZREARE LTY R
3r7uu27aXy 1 F =V EFNT VA3 7au2-7
oy 1-F—) (UFEhER [T REK], [hT v 21K
EV)o) DBIET Bo

A, AAZax 777 eahtal (BLF TGC-MS)
Evdo) BHWT, YAERU T ¥ AMED 5 EEGHTE:
EWE L, FERMARICIC X B mIREE R W R AT 2 B % L
72OTHET 5o

2 HEFE

21 HREZ%
(2)-3-7au2-7aXy1-F =)V (¥ AK)  MhlSE AR
A (REE99.9 %)

BURFE N (RB£99.9 %)

+ 7 % L ¥-dy : Cambridge Isotope Laboratories® (#fi
J£99 %)

Ty EL7AVARDGHMEER R RS - PCBR
B (500085 A

vruuryry i wmET7 AV AHDEMER TR EEE .
PCBiAERA]  (5000%5 i)

NO-¥ZA (bPYRXFLIYN) MY 7htuaT7 7T 3
F (BSTFA) : GL Sciences#

EKBRER S b v o BB FRA RE - PCBEUER
Jif|

A A — ) v ¥ Waters#Sep-Pak Plus AC-2
HIAT—: FOT LB L, ERSE2ZD0
FBEUK ¢ ) R T7EMIlli-Q Advantagell X 1) FiHL
IATIT+—%— : Volvic

2.2 GC-MSODOHIFESRML

fEHIBERE © GC © Agilent7890A, MS : JMS-Q1000GC Mk
II

i # 5 & : DB17HT (Agilent#, 60 mx0.32 mm,0.15
um)

A7 ANinE 45 C (2 min) —7 C /min—180 C (0
min) —20 C /min—250 C (5 min)

1 AJ712: : Pulsed splitless (20 psi (1.6 min))

EILRRERE > 2 —F]R
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F1 3-700-2-7OX>2-1-F —ILOHE{LZEIHER

HTR CFANTR)
év\%i (©/ TN PR B

?§smf*(hPa, 25°C)
AFRME (mg/L, 25°C)
log Py

92. 52

92. 0029

~50.09 (HEEAE) *
132.59 (HEEfH)

4.72 (HeEfm) ?
1.291 X 10° (HEEM) 2
0.57 (HEEMH) ?

nnnnnn

i
=== i

AR

AN

o

149

=t
@

a0

inn Zii

Bl 2R MZ 22 (FEEFE) OTZIZAXT ML

WAL © 250 C
Fx)7—HA:AY 7L (1 mL/min)
A5 —7x— R 240 C
A A VIREE 210 C
A4 VLEIE : 70 eV
B E— F : SIM
E=F—A4F Y m/z 93 (Y RKERA A V), 129 (b
5 VARERA T V), 95 (YA, MT Y AEENAF V),
136 (F 7%V >vdgE®A )
23 YVAGERU NI AFREAEEROFAR
231 EAEEROAR

VARKO N T VAR % 4100 mgE D ILY, Tk b
Y EIMZTI00 mLIZEZA L, 1000 u g/mLo A LR
WAL 7z, RABEREEEREZ 7 £ b TIHRARL T
100, 10, 1 ug/mLOPARHER Z L 72,
232 WNEEROAR

T 75V dg%100 mg VLY, T bPYEMAT

EILERERE > 2 —F]R

100 mLIZZEZ L, 1000 u g/mLOPEEHE R %2 F3 L 72,
R % 0L, 71 b Y THML TS5 ug/mLOW
R A AR L 72,

233 HRERAEERORAR

WEHANA Ty 700 %% 2] mLE AN, Kk
DIREHEERZIRIML, BSTFAZ50 uLifshntk, #% L
THEIMTIORMEE L, REGHEER 2 AR 72 M
R R HE I OO 5 1X1.0 ~ 500 ng/mL& L, iR
ORI, WK 25 u LR L7z,

2.4 HIRLETE

GHED 70 —F v — b 2 K2R T,

200 mLE &= D RY, 74 b 10 mL, FE#K10
mLTaI 74 a7 LEEMAZ— MY v PI210
mL/minTHEK L7z, #AKTHOBEMI—F) v %
FEK10 mL T L7z, BRE D LI, 927 —
MOHEKRBEEES b)) o 2% ANn/zu— b, B2 — MY v
VEEy ML, Yr0uiry TNy 75y v anil



Fe OBk, w4 mL%& RS 22 72, i
AP =ty Yoy MILo THEENRL LA
Wbz, FANHR Lz, HEEEEST AT mL
i L 728, MEHINA 7V L, BSTFAZ50 uL
Wk, &% L CEETIORBEE Lz, ik, Wi
AL u LMLz b 0% RERR & L7

1 [ 1 [
AREERE [ESEGEE iiTas} | | el | | T - ik
200 nl. Waters AC-2 HERIK 10 mL vrmm iz
PR 4 mL

L‘ i A PERHETRIN GC-MS-STM |

LR T BSTFA 50 pL (F7%V>-d 25 ng)
1 mL HE 16 BN

X2 SirEo70-—Fv—b

25 EBHRETIRME (IDL), MEO#HKETE@ (MDL)
RUEETRE (MAL)

IDL, MDLK& O'MQLO 5 &, [ B BrBaih 4 5
REMAD T & CRR2TERER) I (MTFTFHIE v .)
\ZHE 5 720 IDLIZ, 231256V 1.0 ng/mL o> H i A e i
TR L, GCMSTHIE L, 35 du 7zl fifl o #E i
fRz% MW THE L7z MDLEOMQLIE, Ik (4
JEAG) 200 mLIZ, IDLOSREREDRE L %5 X )11 u
g/mLIR AR 25 p LIRIML, 241206Vl LEE 217 -
72b0ETEERL, GCMSTHIE L, 5 h 7zl
DFEHEAR 2% TR L 72,

IDL = t(n-1, 0.05) X @ ,5; X 2
MDL = t(n-1, 0.05) X &,y X 2
MQL =10 X o,y
t(n-1,0.05) : fERERS %, HHEn-1otE (F)
0 wap - IDLEEH 0 72 0 3l 52 A1l 0 A A R 1 {2
0wy - MDLEEH 0 72 8 0 {52 filh D R A HE {7
26 YZRERV BT ZEORMEYRHRR CRER
D
i A BURHOK 51200 mLIC10 ug/mLEAEEHE W %2
p LML, 24208 VRiLE %247 > 72 b D%, GC-MST
WaE Lrze BREERRE LT, ERMOFNIK K OHEK D
ST L 720 I ZKIEMDL R O # H % 170 E] DGR ERAS SR
ELTHH L,
T/, BIET 7 07 & LTREIK200 mL % 24125V Rl
WMB %475 72H D% GC-MSTHIE L 720
27 JPZAERV NI AEORIMEHER T ) -2 JTHBR

FHI&IRE, SRR 7 ) — = 2 7R O
B A FhE L7z

SRR 7 ) — = v 7 REBR O R I R R K 2 v
TpH 5 pH 7K UDPH 90 b D& /EH L, 45200 mLIZ10
pg/mLORERHERZS nLIRML, LRER# K O7H #%
(#9720 C DI B OWE I PR AF) 1224 FE W RTALER 2 4T 5
72b DO %GC-MSTHlE L 720

BRAFHERBR I, BRAEPiIEAIE LCT AV E YRR
m (10 g/L) L7zd o & ERmo2MEH oKL 123
NK (7 WiAG) KOEAK CREWE)ZRKICAR, HR
W DOEEA100 ng/LiZ7% 5 X 91210 pg/mLEEHE R %
WML, WHEETCL ~ 7TH MR, 500 7 1 — 12w
GC-MSTillxE L 7z

F 7z, MR i B O PRAEE R & L T500 ng/mL
OB BEHE G &2 SR ICARAE L, 1B RICHREL
PG AR & A B & H L 7
28 WMEBOEHEI—FI vy IADERN-TICLBE
IREADEE

ARG TIMEAKBERE T I V) A% L 72K % 7
HLTWaDS, @FNX—IVE2MHLABKIZE S A%
B s 5 v 2RO ENLEADHBEIZ DO W T H G L 72
B K200 mLIC100 ug/mLOREEEAER 22 w LIS
L, EMA— bV v JICEKRE EHL— ) v DI
L CEENR— V255 MIT o720 TOMO THEIF24L [F
BoBEEITV, GC-MSTHlE L 72,
29 FEMHMLICET 3 R O®E

BSTFAIZ X 53-7 mu-2-7 a X V1-F — VO F kL
WHETLHEMICOWTHRE 217072, Y7 uuxs /]
mLIZ100 ug/mLORAERHERZ5 wLikML, BSTFA
50 LRl ~ 20 RIHE L, PUERHEIR &5 w LIl
HGC-MSTHMEZ T > 720
210 BIFEFEEDHE

FHERLGC-MSE LA TOSM e LT, Witk o
~ b7 I TEEGHE (DT [LCMS/MS] &vw9.) K
O~y FAR=ZAHFAr7u~ b7 5 7E&5HEHET
[HS-GC-MS] &) N X BME B 1T 70

LC-MS/MSTIZ, ¥ AKRKUMT v ZK4%]1 ug/mLd
A% )= )VEWEI0 uL/minTA ¥ 72—Yavickh
HEAL, YAAXRZ MV EMR L
MS (LC-MS/MS) % 5
fEFIHEAE © Micromass Quattro micro API (Waters#)
Fr¥IY—®HE 30kV, V—RARE 100 C
FIINAN— g v ARE 500 C
I— Y H AjiiE 50 L/hr

EILRRERE > 2 —F]R

19



FYINNR— g v H A 600 L/hr

A F+ 4b#: : ESI Negative

a—VERE 10V

A% V#iP D mz 30 ~ 150

AF¥xrHA40:04s AVF—AFv 2 FAL25:01s)

HS-GC-MSTIZ, #fbkFr vy s (EL74VAf0k
MR KEREH) 3 g2 MATNA T VIZI AT
v+ —%— (Volvic) #10 mLAN, X%/ —)ViEHWT
PR L 7R A RERE 2 R L, HS-GC-MSTHlE L 720
HSHESLME [Ny 7E—F]
fEFIFERE - 12031HSA (JEOL#Y)

NIy TEIGLENT v T

T 1% < 31

FrFvTay 7 80 C

FEPERER - 30 min

FIURT =T 4 ViE 150 C

NVTTay 7 100 T

b7y THEIREE 1 23T

T

JEJJ 140 kPa, MIEKEM :10s, b T v 7 200
SCCM, ¥ ¥ 7V v 7 THEN : 3 kPa

KA 8= VM2 min 30 s, ¥ 7V ¥ F R
3s

GCA vy =rvav

gy FTENRE 220 C, W3 min, M7 v 7EHR:
20.0 SCCM

GC-MS il e 4t

A GC @ Agilent7890A, MS : JMS-Q1000GC K9
il 79 4 0 AQUATIC2 (V—x V¥4 = A8 60
mx0.32 mm, 1.8 yxm)

HT AME 40 C (5 min) —10 T /min—100 C (0
min) —20 C /min—220 C (5 min)

EALE FAVv s b

Fx YT —=HRA:AY 72 (2mL/min)

A5 —7x—RiE 200 C

A & YIFIEE 200 C

A% VLEE 1 70 eV

MIE—F : SIM

E=Y =A% Vimz 57 GERAA V), 55 GEMEA + )

3 BRRUEZE
31 GC-MSBEIEAHORTER

EILERERE > 2 —F]R

VARKO T v 2RO mER % X3 ~ 612, 500 ng/
mLMESHEEED 7 < 79 5 % H7I2RT. 1.0 ~
20 ng/mLOIRIEEEHIE, 20 ~ 500 ng/mL oD ik SE
THHEOEWCERED B 5 BT Sz,

3.2 IDL, MDLXU*MQL

IDL, MDLM O'MQL% 21278 9o IDLEUEH 5 5 A 1%
¥ Z4K14 ng/L, b ¥ Z4K0.80 ng/L, MDLIZ ¥ Z1K3.9
ng/L, M ¥ A4K34 ng/L, MQLIZ > ZA4K10 ng/L, b
7 v A88 ng/LTH Y, RFEHADIRKEE (56 ng/L)
R TE M TR IS 5 2 EMRTE,

3.3 RINEUREER R CIREEHMA MR

TN RS R 2 23R 9o IR D IR IE > 2
95 %, N7 ¥ ZK80 %, KD EILERE T AK8T %,
b7 Y AKT9 % & BAFRES R TH o 720 MMM JIK
Ttk (BREERA) 2ok, YAK b vAKkED

05

04 y=0.0216x-0.0068 ®

' R2 =0.9995

3 03 >
=
=

0.2

0.1

o
0 . T T T T
0 5 10 15 20 25
= (ng/mL)
K3 ¥ ZFEBEBESKRER
0.4
y =0.0193x- 0.0082
R2 =0.9998

03
5 /

0.2
=

0.1 /‘

0 5 10 15 20 25
2 (ng/mL)

X4 k72 RABERERRIRER



12

y=0.0225x- 0.047/0
10 R?=0.9999
8
&
* /
4
2
0 T T 1
0 200‘ 400 600
2 B (ng/mL)
R5 ¥ AFEREESRER
12
y=0.0211x- 0.0995
2 —
10 R? = 0.9997 °
8
3
}E 6
4
2
0 T T 1
0 200‘ 400 600
= FZ (ng/mL)
X6 k72 REERERBRER
[7117[:;;]6] Y8 - 181100 _
MA/ f/}({Z’K l/\\ ]\ 7 ‘/X ,fjg 1127318 - 805
/\ / m/z 93
/\ /N VAMRE=R
198 [u]-—————J \K_—/ Y
N\ [\ m/z 129
o MARER
m/ z 95
- YA, bV AMAHETR A

X7 500 ng/mLREHRAZEEROI/OY TS L

MR RIEFRE > 2 —F 8
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Wl S e d o 72,

o, BTS00 ru~ NI A RKBICRT .
T o0 nBT 2RO T v a vy s 4 AHECmz
120, NI YR F U Y a vy A4 AliImz 3DWE
=27 s Nz Lo Ty AR ERIZIEm z 93,
NV ARDERIIEIm 2 120% T A2 & & L
34 SBMII Y- JHREVREMHARER

GIRYEAR 7)) — = v TR BRE R A RATR T, TH#IC
B2, wIFhofEficBwd, YAERKTNT VX

ROFEAFHILTO W%LL I & 2 L 72k R 54 BTz,
PRAFERBAE R 2 IR T 7T AINVE VBRI O
WK TIRIHBIZ Y 2K, BT ¥ 2R E B IERAAFENI0
%ERY, SHZEIIE Y AE, FT U AELEBIT0%E -
720 7 ANV E VERIERIMO MK TIELH #2132 2482 %,
kT ¥ AR100 % & BAF 2GR S N7z25, 3HKRIZY
A4K22 %, T v AMK80 % L HEIC Y AMKRDFERAFHAK I
W23 L7z,

—F, TAANE VBERINLEE, THEOWI

%2 IDL, MDLRU'MQL

IDL GRASHE L MDL MQL
SR
AEUES (ng/L) (ng/L) (ng/L)
3-ruu-2-u-1-4—/ L4 - 0
(A 1K) ' '
-7 mu-2-u~X-1-4—/)L 0.0 - g8
(b7 21K ' ' '
%3 RMEIRERREER
Er T B ‘ )
W T ek i mier smEs
PUE Towe T e ® ®%)
) ¥ ) £ ' '
0.20 0 1 1 <39 - -
2k
: 0.20 5 1 7 23.8 95 4.2
WK
(2 WA 0. 20 0 1 1 < 3.4 - -
ALY
0. 20 5 1 7 20.0 80 4.4
0. 20 0 1 1 < 3.9 - -
AR
. 0.20 20 1 5 86.6 87 3.7
HEIK
(K E53) 0. 20 0 1 1 < 3.4 - -
ALY
0. 20 20 1 5 79.2 79 3.7

1703 - 1334

m/z 93
YAMBIE B

193 0

=7 F?VXW//\ 'z 129
;//\M/”\\\w% o Lﬂ/ T bR
oo | Pave - S e
\ \A»A/”/v\ . IS L w295
- ’ VT b N YA R AR

X8 #ETZ>/DyAXNI I L

EILERERE > 2 —F]R



KB OHEKTY AR, b T v AR E HITFRAFHEH0 % T
Ho7

KiERPS, 3700270 RV1-F—VOSHIEH
LRLDFAKE VICTAINE VBERIMLUTERAL, 7
HUPIZAOHT T2 2 EDEE LW L0007,

T 72, MEMAEERICOWTIE, 1»H&RICY 2k
b T v ARE HITIZITFRAFHEIN0 % TH -2 Z b, &

Wy

EARML L MmO R I Y 7 aa X ¥ TR

TRAFTRECTH o 720
35 HIHEOEMEL— M)y IADERN-TICLBH
IREBADZERHR

BENA—VEEOEMICL D Y AEKRL N T v AR
RN DB R % KOIRT, BRAN—VHTIEIV A
K32 %, T v AK20 %, DEF/S— VETIE T A492 %,
b ¥ ZKRT9 %D RN TH - 72720, i O FEAH» —
M) Y INOEFR—DIEIBAKTGTEE LTRELTH -

720
36 BEHLICET 3 RLHEOBKREHER

FEMAC LA DR FE ROV TRNIIRT . FHE 161
BTy Ak, Iy AkE DICE— 7 WRMEAITITRA
DI ENbholzled, ROWEDFHERIICES
B IR 16 & L7z,

T 72, BEHHEEER 2 BAMEO WAL T60 T2
BT 52ET, BEDOPSOSEMTY — 7 mEMEANEIT
WKRKELDBIENbRroTze LL, TOHETIIEN
ToBmwaESRTYrzaax sy (il 40C) 2, B
60 CIZhiRd 2 LB D 5720, BB ORENE %
RE L 7oA, ARHT IS X 2 B8R A2 3R L7,
37 BAEEBEOREHER

LCMS/MSIZ& B4 v 72— a3 YIlEDRRE, ESI
Negative Tl, 3-7 0 u-2-7a~X . 1-4+—)VOM-H] IZ
MY 2mz OIDA & VIR E L MR TE b o

x4 DEER7) = THEBRER

RHIERE (ng/L)  (FEAF=R (%))

g‘] e § 24
ol PIRIRTE T
(ng/L) 1 FERA A% — —
=30 CEB
5 250 211(84) 205 (82) -
N 7 250 218(87) 232(93) 209 (84)
9 250 218(87) 215 (86) -
5 250 198(79) 186(74) -
ALY 7 250 190(76) 192(77) 176 (70)
9 250 199 (80) 193 (77) -
* RTEER (%) SRR IR D IR E OES
x5 GFREMEHBRER
s TRV R FEAFER (%)
" = (ng/L) 1AM  3HME  7AM 124
AN 50 12 0 0 -
. DN -
WK s 100 94 92 93 -
(4% o WikG) o ik MEyshn 50 12 0 0 -
7 wsn 100 87 86 90 -
" N 50 82 22 0 -
HEK wshn 100 86 85 89 -
(R 95) s MEsIn 50 100 80 56 -
7 s 100 87 86 87 -
500
TR - - - - 102
AR A VR (ng/mL)
FEVERR _ 500
: - - - - 100
b7k (ng/mL)

* FRAFR %)

AR BV D B R OIS

EILRRERE > 2 —F]R
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F6 EBEN-—VICLZEREADZERER

. .. RRBHRE WONE RHEE [EICR
W/gl%‘/\_y
R (L) (ng) (ng/L) %)
A 0.2 200 315 32
AR
il 0.2 200 915 92
S K H 0.2 200 195 20
A
Ziis 0.2 200 785 79

720 —77, ESI Positive COWE DT - 7225, [M+H]'IZ
MM T bmz 9B3DA F VIIHERTE b ol YLLK
B HLC-MS/MSHHTIZ R EETH - 726

ANDONOD R
i s
2
1000000 =
JX b B8] (BFTE1
500GGG0
[N $ e ”
5 e
2000000
2
8] i 3 iz is 20

X9 FHEFEICET 3 RICEFEOBREER

HS-GC-MSIZ & % il 5 & % X10, 1112 7/RF 10000
ng/LOERETIE Y AR, Iy AREHICRIFRE—
7 DB S Nz

—Ji, BET S bRV AR, FIyAKE DI
WEY — 7 BBl s iz7-9, ¥ Z4K200 ng/L, +T ¥
AAR1000 ng/LLLF OWEIZHEETH D, HS-GC-MSTIZ

EILERERE > 2 —F]R

BB OBKREE (56 ng/L) 2T L3 TE P o

720 72721, WREETOXNRYH DAL Ol 5 72

EEEWVWSTZAZ ) —= U AL, EHTTREE # 2

b7z,

b Z AR

e —2)

E11 HS-GC-MSTRHMETZ>/0UyAX NI I L4

4 F&ED

37 0 02-7 R 1-F =V OGHEE MG LR R
KITTRT & B Y BIRE R OIEDFIETE 72,
(1) BSTFAIZ X 2 3F8MALE4TH 2 & T, BWIEEIZHH
TEDLIENIGD T,
2 37uu2-7uxXy1-F = VoOKETHE (MDL) &
¥ AK39 ng/L, b F v AMR34 ng/L, Ea TR (MQL)
13 AK10 ng/L, +F >~ AK88 ng/LTdh - 72
@) MK R OHEKRE HVW7z3-7 0 u2-7a Ry 14—
OFMEIPGRER O WS, WA S AR5 %, b T
v AK80 %, WEAKIE T AAST %, T v AKT9 % & KT
RAERTH o 72,

(@) BREEFEOKP CORMREATER S NIz, TAINVE



VEBERMT S LT, WHREFTCTH B ORAEAT RET
Ho7
(6) LCMS/MSIZ & 2500 Cld3-7nu2-7a X .14 —
VOREA + 3RS NT, SN ETDH o 72,
(6) HS-GC-MSIZ & %4047 1% ¥ 248200 ng/L, 7 ¥ Ak
1000 ng/LYL ETHNTMETTRETH D, HiREDN3-7 1
02-70XY 1A= VOffiguAr ) —= v FfEe L
CHEHWRETH 5720

B, RIITRIXBREIE B OFR27 ~ 304E B b2 B
SIATIEB T AT (BRI BRI i) & HE L C oM L 72

X ®
1) IPCS(1993)Environmental Health Criteria,146
2) USEPA, Estimation Programs Interface (EPI) Suite
v4.ll
3) REARGBRBIBURR BRI 4k - L
PWREBRBERBRAEEEOFII & CP27 FEM),
2016
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Study on the development of analysis method of chemical substances at the time of water quality accidents

—Study of water quality analysis method of 3-chloro-2-propenoicacid —

s, KHWEZ, AR, HREdT OKERD
URAYAMA Toyohiro, OTSUKI Fumihiko, YAMAMOTO Koji, YOSHIOKA Toshiyuki (Water Section)

23

=
=]

BREEIEARTEC D ERETHE AR D BRELESENED SN TWDLI-Y 7 aa 7 axy OMRERY THh 53-27 027
ORYBIZOWT, KERBOGHEERE Lz KEREHCFBE Mz CHEICL, 79774 A=KV EMH—
oy JTHI L CHMLELZ 17, AmidesRy 7 2%V, BEHOMGEEEZ 72 M= MY L99 %e 952 L THREARE
ZNENGHE LB RDREE 7o 720 RAFERBROM R, KERXE P CONMBEIMR I N2, FHBEedRmT s &
TTHMIXEETH o 7oo REOK T BRI transfk£%0.10 nug/L, cisth750.12 ug/LTH - 72,

[¥—7U—F:3z7uu27axy§g K 13Y2roaraxy, LCMS/MS]
[Key words : 3-Chloro-2-propenoicacid, Water quality, 1,3-Dichloropropene, LC-MS/MS]

1 [EC®IC

TSR AR ISIE T 5 720121, BRI oLy
RO AFR M EAM OBHREPLETH Y, Bty —
IR, BREA D EMT 2L R R E A S
L, ALY o BBl Hr B s K O BRBE iR BE O R A %
1o T bo “PIK2T ~ 304F BE DAL A B BB FE B AT 12
BWTIL, 3-7un2-7axRyBoOKE S BE L
T&7

3ruu2-7uaNRyRIE, BRBEREARDIIIED KB
WIAR B BRBEIILEE N EDO LN TWAH13- T r7uaTax
DR Th B AWHEHIIZEMMAL L Ttrans
REcisEBTFAEL, TNENz 5l L CERT % 500k
O Bl 58 23 5 B O BB 75 XIS FE R D 72 D\ LB R &
ToTwh, A, ¥try—2BWT, FAWEIZoW
TrI7774 MA—KVEMA—TFY v I THIL, LC
MS/MSTHlE 3 % J7 12 & A transfk B Ocisfh o 53-8k 55

Wiz % L 70 THE T %0

2 HEBFGE
21 HRYPEOHE LMK
HEWEOEEZ KL, WIALAMTEIRZ LIRS

Cl OH
\/ trans3-7 v u-2-7u XU
CAS %5 : 2345-61-1
O
/ OH

43730 CsHsClO2

cis3-7 mu-2-7 R
| CAS % 5 : 1609-93-4
Cl 0] 43730 CsHsClO2

Bl HRMEOEE

£1 3-700-2-7AONZEOYEBLFEIMEIR

ST b WA At IKVE A
fg yal B )= ow
hEA ®TOMN R (gemd) ©C) ©C) (mg/mL)  °2F
trans-3-7 1 01 106.51 12288 11827 o 57.6 0.80
2-F Uk (105.9822) (D) (%) (HEEAR) (HEEfE)
cis-3-7 11 106.51 12288 11827 68.77 0.87

2T (105.9822) (L)

e 0% e eEm

EILRRBEREC 2 —FK 27



22 HEXH
trans-3-7 @ 1-2- 70XV © Acros Organics®  (FliE99
%)
Cis-3-7 B 1-2-7 1R : Acros Organics$  GHiEE99 %)
1 mol/LEEEE T ¥ & =7 L - HLPCH B 7 4 v A
T r= MUV, FBE:LC/MSH &1+ 7 4 )V AHGH
Fvzy, 7 by BRI - PCBRBH  (5i5000)
CREWARTN b
FEHEDK 0 Ay I Y RTE Milli-Q AdvantagelZ X b i
4
FAMA—F )T ¥y 7<7)V Y v F# Supelclean
ENVI-Carb Plus, 400 mg, 1 mL, reversible tube
045 um7 4 V¥ — : X7 I R7# MILLEX-LCR 13
mm
2.3 LC-MS/MSOAIFEZMH
[LCS1]
fEFAFERE © Waters® Alliance 2695
715 & - Waters XBridge Amide (150 mm X 2.1 mm, 35
um)
BEH: A TEr= YNV
B : 10 mmol/LEEEE 7 > &= 2 K& (pH 9.5)
(1 mol/LEFEE 7 > & = 7 A KiEE10 mLIZKE Rk 2
A TILICEE L%, 7T vE=TKEMZ TpH
AL 0)
0—15 min A :99—70, B :1—30 linear gradient
15—15.1 min A :70—50, B :30—50 linear gradient
151—20 min A :B =50:50
20—20.1 min A :50—99, B :50—1 linear gradient
201740 min A:B=99:1
e : 0.2 mL/min
H T A 40 C
AT AGR 15 ul
[MS5fF]
fEIHAE © Waters Quattro micro APT
Fy¥7) —FEL:3kV
v — AMmEE 1100 C
TINNR— g Y 500 C
J— YA 50 L/h
TV IVR— 3 Vit 600 L/h
£ F b : ESI-Negative
HWEE— F : SRM
a—VWIE 13V

EILERERE > 2 —F]R

Y VarvEE:T7eV
EZF—AF Y 1m/z 1049 > 349 (ERH)
m/z 1069 > 369 (FEFZH)

24 EEEERIROAR
241 BEEBEEBRROAR

trans-3-7 T 0-2-7 0 X V100 mgE 7k b= MUV
T10 mLIZEZ L, 1000 mg/LDtrans (s 5 i % 5 5
L7260 cis-3-7 B H2-7 BV EEIZDOWT b [AEDIRIET,
1000 mg/LOcis AR 2 3 L 720

transfRFEHEJF,  cisRFRHE JF &2 &1 mLob L, 7
£ b= MY LTI mLICERL, 45100 mg/LORAEHE
B TR L 720
242 FMAZRERRVUCKRERAZERDOREAR

RAEFEEERZ 7L b= MYV CTEBEMCAHRL, 1
mg/LK 10 mg/LORMMER#ER (AN EIGRER, 55
PR 2 ) —= ¥ BRI SEONI22 ~ 200 pug/Lod
Mot i R & T L 72,
25 EMEmEO%E
25.1 EEEHBEO®RE

FE K10 mLICEEHEW 14001 g, FHEE20 uLZa@m L,
77774 M=K EMA— Y v T DENVI-Carb
Plus (LLF [RM#HA = D v T ] Ewdo) (@K, &
FalomMaEs (LT [#FE5] L)) K7 b
Y2 mLE@H (BT [7& vl &vde) LTHh
KU7ze THZHIKEZL Z 72618 ) OFE B CHEIKD EIE
WL Zd o S LciEt (B [Ny 275y
VAl Evdo) L, B E BRI T CRAME,
TP PV mLIEEL, BEERE L 72,
252 EBEHEHI—RNIYyIOALT 1 azZl JEHOK

BEMA—= by PR4GEBYDOEGTIa T4 az v s
L7:t%, BEHEMRI4001 ug% i L7245 847K10 mL% il
KU7ze BFEBRLOT £ b VB THAR 7=
FMIV/TERMY (46) I0mLTNy 275y T aiEhL,
B 2 BRI T Tl L72%, 72 b=1FY V1 mL
TEAL, BIPEEZEL 7,
253 pHIAEZEHOHKET

FE8K100 mLICEEHEY B %001 pgZ L, FEiX
W% v CpHZEH6E ) i L CHEMA — Y v DI
MWAL, EFBELETE N VEETHAR 7=
MU/ TERY (46) 10mLTNy 275y v aEiL,
EINHZ BRI T CRM%Z, 72 =Y V] mLTE
AL, BIEZ R L7,
254 BREBEDIRE



< MYy 7 ARG R T S BIER KT O % R
95720, #AK (BEKEMNTRAK) 100 mLIZHE#
W 4001 pg, FHE200 uLZFL, BtH I —b) v
WKL, BEBELET L V@B THAR TEb
MU/ TENY (46) 10 mLTNY 775y Y i
ML, WA SRS T CHRME, BfaBiil mLe
LT7E b= PYNTEELZDDE, A U R HABIK
T b= M) VTENENIOBEAHRL 2B DICDOWT,
EREE 2 JRiR L 7z
26 HILIEFE

BHLZoMEO 70 —F v — FE2R2IIRT, &b,
o G BT RBR KR A T 5 LRIV < %2 5
WE»H Y, BFRBAKLTT X N VWil L 5 HAKATHR
HEMEDTWA, Tl b IS L BRI 028
RBOONLDPo 720, BRBROAERT LI LEL
72

AKEFFL00 mLIZ FHE200 L2 L7728, 570
ORIV 10mL, 7+ 10 mL, F#K10 mLTIER
aYFA4va=y 7 L2EMA— ) v 21210 mL/min
THAR L7z @AKE, FEMHL— Y v Y% REKI0 mL
T L, EFRBRTHAE, 7 =M/ T
(46) 10 MLTNy 2779y 2l L7z, iz 8%
KM TFCTl mLEEFCTRMLTCT N 2KREL, Tt
F= R YV TI0 mLIZERE, 045 pm7 4 V¥ —ThHilh
L7-b 0% HBE L L7z,

27 HPEAEDWKRE

K ST A (4 2 381 4t 4 HiAE THR2K) 100 mL
CRRHEMVE 4002 ngZ@mL, 2616V HETLE %175 72
boOxEPWERE & Lze LC-MS/MSND R FHEAR %5

ul, 10 uL, 20 pLEZHEL, [EINEEE L 72,
2.8 IDL, MDLEU'MQLOE K
PEMIFRM (DUF TIDL]) &w9o), SHiEom
HFBRE (BLF TMDL] w9 o) ROER FHRAE (B
T IMQL] &w9,) OB, (b E s J i
MAEO T E CER2TAEEM) | ¥ (26> 72, IDLIZ, 5
ng/LOMEMIIEEE 27 ) ELIEL, #oh
W 2 A D REHE AR 75 % FH T L 720 MDLE O'MQLIE,
HEK100 mLAC, FURFH I EE 2SIDLAEHR SEE O SRR 12
W72505 ug/LE 7 2 X ) ICHEHEY R 40,05 ugZ imin L,
26IZHEVETLE 21T > 72 b DR THARER L, #5Nhi:
WM ORG24 VTR L7z,
IDL = t(n-1, 0.05) X o, X 2
MDL = t(n-1, 0.05) X o,y X 2
MQL = 10X g,
t(n-1, 0.05) : fEkREE5 %, HHEn-1OHE (K1)
0 i1 - IDLEEH 0 720 0 ) 52 1 O AL AHE 3 i 7
0 w1t - MDLEHI O 720 O3 58 11 O R A He 7
29 BFMEURGEE, RESBRUEETZ > 70O
WN7K100 mLICEEHED 401 ugZ@L, 26126Ew
RALER L CHlsE L7z 23, #EKIEMDLIRER O R % 7
I GBS R L LTI L7z, BB E LT, 5
IR K OHEAK % FEERICETLEE L CllE L, & ok
B2 RMEGRBRORE TS v 2 &L, $72, BT
¥ 2L LT, F#K100 mL% B HTLE LTl L7z,
210 AMEMR7 ) -2 THRBROFREMHR
AEHR T RMEOREYEEHRT 5720, Fol&Y
HEWT H B O 53R 7 ) — = v 73 OPRAEE kB
B FENE L 720

UNEEv FRAH v i K
100 mL 10 mL/min FHlK ZEEIWE
¥ 2 200 pL N0 10 mL 10 min
‘— ey i ER At
N 97TV 2 FHET TEh=M) 0.45 pm 74—
TEh=MIMTE b (4:6) %1 mL 10 mL
10 mL

L LC/MS/MS-SRM

ESI-Negative

X2 9EO7O0—F v — b

EILRRERE > 2 —F]R
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30

SRR 7 ) — = v 7RO R, EEKOpHZ
5, TROOIZHER, 4100 mLICEEYE 410 g% ml
L, IR EOTHE (20 COBIFT K O FT 2 1R-47)
RSB TI00RE IS AR L, 261 FEVRITALEE L CHlE L
72

TRAEVERRBRIE, FRERITIIRZE YV, #1 ug/LIck 5
£ 9 WEH00mLIC BEHEY B %01 ngx W L 721k, 5%
ORI D720 O F[EE200 uLEZRM L7225 DO LFML T
Vb OOMEFAER L, TNEIUFHEFI Tl ~7HH
PRAFTR, 261CFEVETALEE LTl L7z,

F 7o, MR GREBGD offFERERE LC, RBRR
EEEAE10 ng/LIC % % X 9 #ARH00mLI A7 #E 1 B 4501
ugx N L, 261216\ VETLEE L 72 38R0 & e L 72 1%,
BRI 2 W RE T CLAH MR L, M H oW EMHE 14H %
DO ENE % L L 72,0

PR T, REBITEE R ORI ERB L L T10 ng/L
ORISR 2 R TR L, 120 ARICHFAR L

TR R AR & e 2 B L 720

3 BRRUEE
3.1 BEA A OBREHER

cis3-7 au2-7uaXRyVEBEDO XY ) — VEHK ZESI
NegativeTA v 72—V a3 VIllE LY AAXRY V%
KI3IZR T PCloM-H] IS4 2m/z 1049& ZD[H
firfk ('Cl) oM —-H] ®m/z 10695 S 7z,

WIZ, TV h—H—A4Fm/z 149Zx5 5 7a s s
M FAYDARZ P VEEATRT PCI e E2 515
m/z 349D AP E N7ze FBRIZ TV H—H— A4 %~
m/z 106912% 5% 705 27 b F Y iE-50 & B [Cl”
EEzZoNbm/z 369DHTH Y, F72, trans-3-7 0
2-TURVEBEOT VA=Y —AF Y, Tuy s Ly
beisthkE R TH - 72,

SO ENS, JWEAF v Em/z 1049 > 349 GEEM),
m/z 1069 > 369 (FEFEH) & L7z

CIS_CL-ACA_NEG_MS1 13 (0.240) Cm (5:53) Scan ES-
100- 104.93 1.80e7
[M(5CD) —HI -
x
'6‘9\‘
106.93
4483 —H]
&1 [M@G7C1) —H]
e
58.87 B899 126.94
- 93.8274137 196189 11/08.12 i 14100 47 03
e A LA Laas) L Ladad ket LAty L) L Mo L) R s L L L i L L w174
40 50 60 70 B8O 90 100 110 120 130 140 150

X3 cis-3-700-2-7ANXVED~Y XA ZANYT ML

CIS_CL-ACA_NEG_MSMS 2 (0.037) Crm (2:53)

Daughters of 105E5-

. 104.90 4.83e4
[35C1)
= Y
3187
ol 3815 528060797505.7890 9501 10| 171 15517 13968 14450
AL LA LA RALA) LA LALA) LALLE LA LR LLEA) LALRS LAALI RALL

30 40 50 60 70 80 90

LLRAR RARAS LALRS RALL RAMR) UAARS LARA) AAMLE LALM RALM AR
100 110 120 130 140 150

R4 FLh—Y—A44>m/z10491HT2T7OF 7 b1+ >

EILERERE > 2 —F]R



32 BIEH T LRUBEHEOKREESR
SEWHEIIELO L B Y KBEREDRE {log P, hVHE
CHAREDOBNZ Es, —HICTHWLRTWSCI8%
OFARME S 7 2 TRMWEPHEETH Y, WA 7
L TH5DHAmider 7 L2 MH L7z, BT, KXIZRA Y ) —
WOEENL L Dl h T MRFELIISL b0,
BEHOMM &Lt 2 7 b= YV KBEW=9%1LF
52 LT, TR RREEMERSL LB TE, REAKS
HEDMHETDH o 720

72, AWM T AO%E, HWWEEZ A+ LS
B BREELR T 2 0BEBMET VA Y
Hicgsrz&el, 7uh )T TE SXBridge
AmideZ i L, KRABEMHOpHEISE Lz, BEHER O
su~< b7 A %M6IZRT
3.3 HMEROBIERHR

TR % X7 R OK8IZ/RT o transfh I cistR DR IE &
SRR OSSR EE R R O Wb > 0999 T RLAT
BREMEDD - 720

CIS_CL-ACA_NEG_MSMS107 53 (0.979) Crm (3:54)

3.4 EEMEOREER
341 EEBHBEOKREHER

BT L OMINEEZK2IRT, T F=M)V/TE
b > (4:6) 10 mLIEH TIZIZ100 %D I ASTRETdH - 720
342 BEMEA—-RNUYIDIALTF1azZlI&B0O%
AR

AVTFA T an v SRS EOMIEERITRT, b
VT r10mL, 7+t k10 mL, K10 mLONEIZ T ~
F4 Y a7 LAITIEIZI00 %o IR E 72 5 72,
B, transfRlZBWT, o> F4 Y a= v 74T
E AL 725 72,
3.4.3 pHIABZEHDKREER

W DR R INE: & & DR & RAUTR T FFRAK
100 mLIZD & ¥ %200 uL 313400 pLhnz CpHa# % L
7oA IR AYE <, MR CpHA R L 7235 &3 L
MWL olze Bk, FRRFMNEIZ400 pL TR b &
IEAE HN7228, 200 uLTd T2 BULENE N7z
DT, FEREMEIZ200 uL& L7z,

Daughters of 107ES-

100- 106.90 1.15e4
[37C1]
3685
el
4219 5481 71028056 9172101.44| 1233843375436.88 24
0 “I‘ ;'.'I'..':.'l:.'.'.'l'.4‘.'-'lu'.‘.'.‘llu'.'.'.‘llﬁ:-‘.’;.‘.'-'.l'.:‘.';'lu'-ﬁ.“.'.'.'.“.'u'“"“""' A Y, TN

30 40 50 60 70 80

(ALY LAY LLAJ WAL LB LULL IASAY LALL) LUA) LAY RS WAAA LA
90 100 110 120 130 140 1350

K5 FLA—H—AF>m/z10691T 27047 h1 A >

MRM of 2 Channels ES-

10.36 10.95 1049>349
e N 2 2ge?
ERA A m/z104.9 > 34.9 ( 3.39e3
<+— C‘fS {z!:
2
trans{k —>»
11.13
5 .
e S S RS et R LS
2.00 4.00 6.00 5.00 1000 12:00 1400 16.00 800
MRM of 2 Channels ES-
10.32 1069 >36.9
16183
B 1097
= .
A A m/z106.9 > 36.9
<« cisffk
& trans{k —»
N 1232
Lt 304 513 609 7.14 801869 951 {22 1R isis pigiegetnEs | 921
6 Loy ™ Time
2.00 4.00 6.00 8.00 10.00 12.00 14.00 16.00 18.00

X6 ZFEEROI/OYNT I LA

EILRRERE > 2 —F]R
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344 REBEOHIHER

FH5OOR V@D EBY, H#EEEEZ]L mLICT 5 &l
INEAET L, o XRoNe SHIZH L,
Tt b= FYVTHRL TR L0 mLIZT 5 &, K5

1 trans3-7 0 u-2-7'u R

DORVTDDEBYT N v 7 ADEBEMMZ 5 LM
TE, MINET0%Z MR TE 20T, HKEEIZI0 mL
L7

35 HHEFTAEOKRFER

| cis3-7 1 w-2-7 m R

I
o
ims

H=S

i 0 &

N0
,,,,,,,

X7 (ERESIRER

snnn
G000 -

8000 1 trans3-7 uum-2-7 X fR s cis3-7 nu-2-7u g

1nnn
1000 1

® E (ug/L)
8 HEREHRER
R2 EHIEIEAER & EIRE
Ve REREL R [ (%)
0-10 mL 10-20 mL
trans 1K cis 1 trans 1K cis 1
TER=F VT E RQ2:8) 58 58 - -
T r= RV T E b (4:6) 104 100 1.5 1.0
T R= VT E R (5:5) 81 90 5.8 7.9
T r= RV T (6:4) 96 91 55 2.5
FLm /TR b (2:8) 75 69 - -
TEr=HFUW 90 90 10 10
£3 ATy az iRMEERE

L EIVESEZY)
SYT AV A=y IRE trans % cis &
arvFava=vIl 28 60
T h=FrU10mL+ 7& h> 10mL + k58K 10 mL 82 94
T h=RrUL20mL+ 7 > 20mL+ 58K 20 mL 87 116
b= 10mL+ 7& b 10 mL + FEHEIK 10 mL 98 103

32 MEUEREFREL> 2 -F®



AEHEA R & RO R E RKOR T, AP
WIE E IR E L o 720T, BRAHEARIZS uL& L
7oo MUMTFIRMEE T2 20 IEEAHE AR DS WS
HHNTHBD, EAEDRZWIZEEIEESETLTEDY,
CHET MY Y 7 ARSI B A LI AR N & %
A bhiz,

3.6 IDL, MDLEU'MQLOEHKESR

IDL% #7i2, MDLK O'MQL % 812 /R 37 IDL# ¥
¥ 5 (X transf80.074 pg/L, cisf£0.094 pg/L, MDLIZ
trans40.10 pg/L, cisf40.12 png/L, MQLIZtransf:0.25
ug/L, cisfR0.30 ug/LTH - 720
3.7 ARIMEUREERR VRS ER

TN I DGR ERAS S & 26912, BREE SR K OV Ial DGR

R4 BROEHE - FHE EEYRE

Borux b 77 L% M9~ 121K F . KO EILEIE
transfk80 %, cisfh81 %, KD HILEE L transA83 %,
cisth78 % & RAF AR TH o 720 HETRM O AR OVl
KINICHEIET T » 7 513, transfk, cisfkE I
SN hrolz,
38 ABEMRIY-—=THER

GIRMER 7 ) — = 2 RS R & RI0IR 3, 1R
DORAER ETH R OBRAERIERER ST, pHXIk
2 & BRI ISRERE S e h o 72,
39 REMERER

AEK D PRV RRBRAS R 2 K1LITR T,

FWEZRML T VilBlK i Tld, transff, cisfk&
b ICTH M TERAFERADL0 %A THHL Ty, ¥

K5 BAEMICH T IRERE EEINE

. ARFE AT 1R (%) N [E1I =R (%)
A i WEAERE (100 mL
(PH(#R N ) trans & cis 1K AR (100 mL) trans 1K cis 1K
T4 5.5 16 o ©) 52 31
pH 2.3 (400 uL) 95 83 it Lml - —2 56 60
E 3 pH 2.4 (200 pL) 92 83 ® 7 71
K517k 100 mL)  pH 2.6 (100 pL) 83 73 S 10 mL @ -5 -
pH1 19 59
boA LT pH2 27 66 %6 HFLEAEEEYRE
(K%K 100mL)  pH4 26 44 [R1I (%)
EAR trans 1 cis 1K
(uL) : . . :
HEK SENIPIN HEK K
20 88 91 36 80
10 86 91 54 86
5 91 98 78 86
X7 IDLOEHER
W IDL At kR IDLEBHASLE
(pg) (mL) (mL) (ng/L)
trans-3-7 v @ 2- 7~ 3.7 100 10 0.074
cis-3-7 ma2-7a X pk 4.7 100 10 0.094
%8 MDLRUMQLOEH#ER
=P Bl = 7=E=N
w4, B I TR MDL MQL
(mL) (mL) (ng/L) (ng/L)
trans-3-7 71 1-2-7 11~ R 100 10 0.10 0.25
cis-3-7 v 2-F g 100 10 0.12 0.30

EILRRERE > 2 —F]R
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34

W % SARH00 mLICD &200 pLiRh$ % 2 & T, 7THRER
HFWHETH - 72,

ARERPD, BHPITHIRESTE 2 VIEE, il
BRI 5 8 GAFF00 mLIZD> %200 ul) % & 5%
CORMTIUIRETE D Z D50 > 720

B, RI2IRTEBY, Ml GUBRIR) O
RABREER IOV TIE, RAEEORBE IR I L2 o

720
%9 RMEIRHBRELE
e . B W EH)
W4 e (nﬁ{;ﬁ fﬁg)i R R @(‘ifo‘f [
(mL) (ng/L) (%)
100 0 10 1 <0.10 - -
K
trans- 100 0.05 10 7 0.40 80 7.8
3-7 -2
a2 ] 100 0 10 1 <0.10 - -
G
100 0.1 10 5 0.83 83 6.9
100 0 10 1 <0.12 - -
) HEK
Cis- 100 0.05 10 7 0.40 81 7.4
3-7 -2
A ] 100 0 10 1 <0.12 - -
aIlIEN
100 0.1 10 5 0.78 78 7.1
_ trans 'fZIS: ch 'fZ'_( oar MRM of 2 Channels £5 oy 9
A Y m/z104.9 > 34.9 1 l
% m M | W[ \!W | ‘M
s A 4 > m/7106.9 > 36.9 awnsﬁjmﬁ$
W M R NMAW
9 HRMEE (HK) OSRMIOY kIS L
RIS BSR4 —F



1

MRM of 2 Channels ES-
104.9 =349

7 563
== =N
FEEA A m/z104.9 > 34.9 11s
11.28 ;
<« cisii
" —>
trans {K
11.41
11981219 1324 14’421500 1581 1683 1757 1353 19.56
15 T T T T T T T T
2.00 4.00 5.00 1000 1200 14.00 16.00 1800
MRM of 2 Channels ES-
10.49 106.9 > 36.9
7 284
ws2
= A
eRA A m/z106.9 > 36.9
<« cisik
11.21
transffk —»
11.28
= |-
10.40
256 7.
3.37 508 N 11.34 12.95 . EE: 7S
272277 | #Pta0752)) 67250, #7%osg| 280 11.45 13.57 18.83"748 || 1931
74’ 2 85.03 |~ 12.56 1455 1557 N 19.21. 19.66
E 5.44 19.77
_19.88
33 T T T T T T T T T T T T T T Time
2.00 4.00 6.00 8.00 10.00 12.00 14.00 16.00 18.00
3 E Snl (M 5 =
X10 A (BK) OSRMZ7AOX TS L4
MRM Of 2 Channels ES-
=] 1156 104.9 > 34.9
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=
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MRM of 2 Channels ES-

- 11.37 104.9 = 349
1.10e3
12.00
Z v m/z104.9 > 34.9
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«— cisik
=| transffk —»
4.92 12.32
253 311 [\5295‘3357'3599 812 9.3 an FP\I | _12.50 14.42 1485 o 1581781 18.34 18.88
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X12 st GAllk) OSRM7O% T35 4

R10 EER7 ) —Z 2 THEBRER
(PG PRAF (%)
WA pH i 7 %

/L 1 Rff 1% - -

(ng/L) W T
5 100 87 87 ]

trans-3-7 0 0 -2-

;?ZSJ\O 3@A 7 100 100 100 99

7
9 100 96 95 ]
5 100 77 76 ;
- 3- 7 1T )-

;’SD j\/@& 7 100 88 88 86
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®11 FREEEHRER GERK)

EoGe) FRATH(%)"
k4 B REE
(ng/L) 1 A 3 A 7 AH
trans 1 2 1.0 74 43 9
PRI
cis 1 2 1.0 47 6 <2
7K
(100 mL)
trans 1 2 1.0 — — 101
FERTRN
200 uL
(200 1) cis & 2 1.0 — — 96
* FETER(%) « THRLEE T A EE 0BG
£12 EEURRER (REERVELR)
. ) A FRAT (%)
k4 kB TRE
(ug/L) 14 HH 1 7 H
Hh i trans 1K 2 10 101 —
(PERED) cis 1 2 96 -
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*IRIFHR%) - RIS A R E OFIS

4 FEO
3Jr7unu2-7uxXyBEOSHEEREI L, ROMRE
720
Q) BAREDESNWETHY, 77774 bA—FKCEM
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transfh & Ocisthk D 5 BEGHT AT & 726
@) ]l mLIUIEARLO pLCIEBIEDME L % %
W23 - 72 2%, A E10 mLTHEARS L3552
LI E Y, BERT0 %Ll % L7zmINEE L 2 - 7z,
(3) MDL & transf40.10 pug/L, cisf£0.12 pug/L, MQL &
transf&0.25 nug/L, cisf80.30 ug/LTdH - 72,
@) FIMEGRER O BN, #K Ttransfk80%, cisfk
81%, 11K Ctransfk83%, cisfk78% & HIFRAERTH -
726

) WEAKHTOpHXIINIC X B0 RMEE, 7HBRER X
Nnheholz,
6) AEKH TOREED R S N22s, FRERMT %
Z LT, THHOREDG W TH 5 720

BB, ARWIRITBREEE RICOTH2T ~ 304 AL
SIATIEB TS AT (BRI A BRI 4il) & HE L C oM L 720
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Study on the development of analysis method of chemical substances at the time of water quality accidents

—Study of water quality analysis method of 3-benzylidene camphor —

KALE,

L, AR, S EBAT ORERD

OTSUKI Fumihiko, URAYAMA Toyohiro, YAMAMOTO Koji, YOSHIOKA Toshiyuki (Water Section)

B

=
=]

BREGAE OKEH) D3RV I ) FUh 7 7 —D5HEICOWTRE Lize SATEIZEAM 2 — M) v 2 Tk,
M HREESAEK, 7V, BROMIZHEEL2%, 72 b= M)V THEBL, LCMS/MS (SRM#:) TllES % )ik
E L7z WRWEHIIEIRBIFTHH D, KX D=7 ORI 5720, HIRAPERHIEREILETDH > 720 FIFE
L7200 Cid, BORIEEE 2 e 3 2 M TRRAEAMS S, IR IRAEMES O MBS RIFCh o 720 BREEEE 2 04T L

72 A, IRNVIYF YA YT —IIMBENGE o T2,

[(F—T—=F:3RVIVF AT 77—,

LC-MS/MS,  #RAMHIIGH ]

[Key words : 3-Benzylidene camphor, LC-MS/MS, Ultraviolet absorber]

1 [EC®IC

IRV D) FUHh T 7 = FERIRE WIS B )8
<, HEET IO RIS A SN TW 525, NG
PLEMEHPFEDN TV I2YWETH DY, ZOBREPT
DERIZ LS Dh o TRV, S, LW EABREEE
DFENET B LAY E BB I RE I A O S A S 2
SN, RISk oRENRLI N2 &0 b, 4
FWE #LC-MS/MS W THHi§ 2 hiEERT 5 &

L bz, BREERBORIE L~V ZE L 720 THIET o
2 REFE
21 BE

3NV YY) F A v 77— SIGMA-ALDRICH#
(analytical standard, = 97.0 %(GC))

1 mol/LifE : §147 4 Vv AHGHIZE R

1 mol/L/KEELF t Vw7 & ¢ BT 4 v Ak

TEXr=bUN, AF = FLTAVAHGHIER
LC/MSH

FEHK ¢ I VRT3 Milli-Q Advantagell £ ) 4

B A — b Y v ¥ Waters® Oasis HLB Plus LP (225
mg)

B A — +1) » ¥ GL Sciences® InertSep PLS-3 (200
mg)

A7 4 F— 1 I K7 HE Milex FilterUnit (13mm,

0.45 ¢ m)
5 mmol/LEEME T ¥ & =7 A KEM - HE7 4V A F6H
SRk a< b7 7H
1 mol/LEEEE 7 » & =7 LKA & A% Bk TR
2.2 LC/MSDBEIESR M
LC/MSDME Fef 2 WRITIRT o
(LCStF)
71 At Atlantis T3 150 mm
(Watersf)
% @ tH:A G mmol/LEEERT v E="7 AKEW) B
(TEr=FUN)
0~01min A:B=80:20
01 ~9min A:80—2 B:20—98 linear gradient
9~20min A:B=2:98

X 21 mm, 3 um

20~205min A:2—80 B:98—20 Ilinear
gradient
205~33min A :B=80:20
it # 0.2 mL/min

BT A 40 C

#OA ® 10 ul

(MS%t)

i IHRFE © Micromass Quattro micro API (Waters#?)
Fy ¥ —EE 130 kV

Y — A 1100 C
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FYNNR— 3 Y 500 T

I— VA :50 L/h
TYNN— g v AfE 600 L/h
A * bk : ESI Positive
MEE—F * SRM

a— VEE 130V

aYTa I AVF— 10 eV (2412>24120 A ), 20
eV (ZFnhbst)

T —AF Y(mz) : 241.2>241.2, 241.2>2232,
2412>2132, 241.2>1981,
241.2>181.1, 241.2>171.1,
241.2>157.1, 241.2>1431,
241.2>131.1, 241.2>1111,
241.2>105.1, 241.2>97.1

(R3HrCl, 241.2>1981% = (2 H)

2.3 Mk

SRR, MY TP &I, Mlo7u—Fy— kT
Y E L7z,

HoMrLOTE = M) V10 mL, KEAKI0 mLOJNE
TaryFava=y 7 LzEMA— M) v JITKERR
100 mL#%10 mL/min®# & Tk L, i3 %o BEAHA —
MU v YR REKI0 mL (EHZR 2 UEA), 40 %7 & T
= MY IVKIERS mL (F¥EA), HEKS mL (FPERA),
30 %7 b= N1 VER0OL mol/LKEE LS N1V 7 45
mL, F5#K5 mL, 30 %7+ F= kY IVEF0.0L mol/L
WiRES mL, A5BKS mLOMIZ S L, WHREEZ5 4
WRT D, TNETE M= MFY A5 mLTHEIL, @EFEX
Ui FT04 mLBEEE Tl L, 7 =M1V TL mLIZ
ERL, BRI E T2, B, BEWEDLLE12E7 4
WV —THHEIT, REBEE T 5, HEBKEZLC-MS/
MS-SRMIZCTHHI T 5%,

SN, I LT (RIERL) 238 5720,
BRI 2R FRABOOEETIT ) o WL 2 AT

LB WD, T4 FEFAL, HEHEZET
5, LELEOHEOGIT AT L2 VEORENLETH
%o HZE LT, MES00 luxAim Tl ~ 2 K FEEOME
FEOREITFE L WARITA Uk v,

24 KBEIRHTRMEDL), 2#Ei&H TREMDL)RY
EETRME (MQL)

IDL, MDLEUMQL®D S, [(b@ W B B8 Y 52
REARADTH & CERTAEEM) 1Y (U TFTF5I& 12w 9,)
WP 720 IDLIX, 5 ng/mL O A e i 2 7 [0] ) %2
L, f SNzl oAz vl L7z, MDL
FOMQLE, Ik (A% 12, IDLEEHRAAEDOSHAE
FEOREL %5 X 9121 pg/mLEMERZ10 u LML,
SN 7 B = I VET L 2 AT 5 72 b D 2 TIRVER L CllE
L, 135N 7lEEofiEmsEz HuvwThil Lz,

IDL = t(n-1,005) X g, X 2
MDL = t(n-1,005) X 0,1 X 2
MQL =10 X o,

t(n-1,0.05) : fEbEES5 %, HHEn-1OtE ()

0 ny - IDLEH O 728 O W % O FEA R HE A 722

0 wan - MDLEH O 728 0 il 5 il D RE AL e 7
25 DEMRIU—Z7HER REMRER GreEss
RUHEMER), AINEIREER

FRIEITHE, FREA 7Y —= v 7RE, REER
B R O R & S0 L 72

SIRMER 7 ) — = v Z B O BRI R K 2 W T
pH 5, pH 7} UpH 9D b D% 4100 mLAEE L, Zhic
MDLEAFHA R DO0GERIEDOMRE L 25 L HIZ1 ug/
mLOBERER 2100 LRI L, 1RHEH% LR O14H % (K
20°C DI B OSBE BT A ARAF) 124081 7 1 — (e HiT AL B
EATo72b DR WE L7ze R X 5 5 ED R S
N7z7-0, BT %2258 U CRRORE % 956 L 720

PRAEE BRI, Bl 2K BHRIDKROER THR
AK) BN (BT K S B8 THROK) ZiAKIC AR,

Ak (7 FH 4 e KoybrE
100 mL Oasis HLB FEOK 10 mL, 40%CH3CN 5mL, FEUK 5mL, z232,5—3> 5min
4 30%CH;CN 0.01 mol/L NaOH 5 mL, #58/K 5mL,
10 mL/min 30%CH3CN 0.01 mol/L HC1 5 mL, F§%UK 5mL
[ NI::: R 7o=d .
L VR Tt R LC-MS/MS-SRM
7 r=FVU/5mL BHRN— T hr=hrU/L1ImL ESI-Positive
0.4 mL

1 AMFEO70—Fv— b
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HR Y OB ASMDLAFHAFAHE O 10R D300 ng/L
2% % & 9121 pg/mLERERZ AWML, M HKRO8H#
(#94 COWWEFIZORAE) (25007 0 — IZHEW AL E 12
W L7zo
F 72, PR CHUMIRC X 2 BRAFARBR D FEhE L 720 &
&, K (EAG) ROk OKEHGHEE) % A h —
Yy VEAPS T M MY IVTIHELT % F THILHE
L7z DI, SHRWE OB EESSMDLAAHES A D 106542
D300 ng/LICZ7% A X H121 ug/mLEERZRML, X4
HRECI5H R (#94 COWREFTIRAS) (LR OB
M 70— CERMLAZICMELZS DT, il
MBOH BB 2 AR TE %o
RS DO PRAEVERER & L TS 0100 ng/mL %
U'MDL® 1045 #2 B 020 ng/mL o> ¥ i 1 R # 3 % 33
W4 COWREFICRA L, 33HBRICH 2 IS HRE L 72
Fo s A P B & e RS AR & FRiR L 7
IMEIPGAER & L <l OK &S ER) 100 mLIZ
MDLEBHASE M O30 RIEDRE L 25 L9121 ug/

EATo72b0&WE L7z, BEHA L LT, RO
NIZK K OE7R b 38T L 720 W N1IKIEMDLERER D5 3 % 7R
IMEGABGE S & UCHRA L 72,

Tz, BET T 07 L LTRHEIKI00 mLE 54T 7 12—
WZHEWHTILEE 24T 5 72 b D & JE L 72,

3 BRRUEE

31 BERGOREHER
3.1.1 HESMERHOKRE

FMFOBE 24T 5 72K R E2 DT ORI, 22127R7
INVVYFU AT =, T A—H—AFEL
TRENNM U Zomz 24104 F Y3 TE, WIZZDT
Oy A e UTI2BEOA + 4Lz,

RIS EARBEEE (5 ng/mL) OEMEE D7 a< b7 I A
ERT. A F VI ERMEESO L1241 F Y DTICEZRLT
Who BIRT DA F 2k o THEHE — 7 ZITEEN
VB Z L Db o Tz,

2O A Y2 WEHNDL I ENTE, BE, 7

mLOBEHER 2100 w LML, 2047 7 1 — IZhE Vi AL vy, BHO&FERERLT, LA T v 2ERT
ESI_BCAM_POS_Cap3_Cone20_MSScan
ESI_BCAM_POS_MS 1(0.018) Scan ES+
1002 263.2 254e7
<4— +Na"
2413
413 — 264.3
2052 2423 2654 27932813 2849 2972 3012
ol 2221 vs meramaam: |[ | 2sis 203 || AV T
T T LI T T T T T T T

T 3! T
210 220 230 240 250

X2-1

ESI_BCAM_POS_MSMS_COL20 1 (0.018)

1
260

et ey

270 280 290 300

BNTVUFLHT7— (FLAH—H—AF2) DIZXZARY MV

v

Daughters of 241ES+

100+ 98.1 4.76e5
181.0
—
97.1 105.0 ¢ 198.1
157.0
¢ 181.0
199.2
1110
< 2412
143.0
¢ 1711
2232
<+ .
1850 241.2
910 1294
145.0

116.9 2408

69.2 2132 N

55.0 83.1 l 226.3
56.9‘ { | l | 2438 2592 2975

P POV RSV O OO 00 T SO i - 2903
G T T T T T T T T T T T T T T T T T T T T T T T T m/z
60 80 100 120 140 160 180 200 220 240 260 280 300

F2-2 FLh—H—m/z241I 95T

O N F2DTZXANYT ML
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BCAM_20181024_5ppb_in_CH3CN_10uL

2018_162 MRM of 12 Channels ES+
16.17 241.16 > 198.1
5.07e3
I HAE 331 (m/z241.2>198.1) —
15.11/[15.27 1797
ol 2m 3% 4up5msss 664721 8o 0N 972 s 11971262 P 13m N 1675 17.49 9 1919 1963
200 400 600 800 1000 1200 1400 16.00 18.00
2018_162 MRM of 12 Channels ES+
1517 241.16 > 181.1
5.6823
o HAE 327 (m/z241.2>181.1) —
1310 1485 1651 17.71
. 0 425 465 o 30%29 g790i0 1154 12441310 135 MR | 1603 fiees V7! g7 19191960
2.00 4.00 6.00 8.00 10,00 1200 14.00 16.00 18.00
2018_162 MRM of 12 Channels ES+
15.19 241.16 > 157.1
1 4783
ES ﬁﬁ 338 (m/z 241. 2>157 12 o 18,13 16,60
3 1437 1675 18.45
1 19 301355 512 599 73579 8es 9551020 1143 1233 N 19.92
200 400 600 8.00 10.00 1200 1400 16.00 18.00
2018_162 MRM of 12 Channels ES+
16.60 241.16 > 131.05
3.03e3
1517
) 17.71
] ﬁﬁ 97 (m/z 241. 2>1311}% i 1531 1571 f17.85 1952
: 271 3% 369 475505 505 59709724 829 913 9761080 0% 1100 13s N 1479 19.18 7921995
2.00 400 600 8.00 10,00 1200 14.00 16.00 18.00
2018_162 MRM of 12 Channels ES+
241.16> 111.12
1519 1593 1788 38763
1780
S 7
509 @ﬁ 243 Sm/z 241. 2>11]13§3) 0 o 178318.95 19 61 1954
bos 200 389 4825 501’535 BI7 10.18. 1149 12421309 "
B ; ; -.
2.00 400 600 1000 1200 14.00 . 16.00 18.00
2018_162 MRM of 12 Channels ES+
1769 241.16 > 97.1
‘ 2.77e4
&
HEFE 524 (m/z 241 2>97 1) 1‘5'3’ 155 k}m“ 1855
'\15991567 VWL D% 19s
U T T T T T T T = T -
200 4.00 6.00 8.00 10.00 12.00 14.00 16.00 18.00
2018_162 MRM of 12 Channels ES+
16.17 TIC
] 7.49%e4
B 16.61 17.69
: 1550
ﬁﬁ 5516 (1210n§3 Ig)eues 17.37 1?911842 1975
1 T T T T T

5.00 10.00

4.00 6.00
K3 3~NTUFH
BHIEDNUHTH > 720 ROWITBWTIE, 241.2>1981

AR D 5 <,
wEIZHWz,
3.1.2 BREEDRET
AL OGS 217 o 720 HHEOFFM A ERML, KO
IR ENbhotz,

OEMA— 1+ v YOHLBEPLS3THIKE LA Z A
FMRE O NI TH - 7275, HLBOD J5 A%l KO
P % CEIEDED TH o720

QFMEMBRED 2D, LT VA THEFELTSH, B
U 72 B H 7z,

GHLBA 5 DM, 7& b= kU V% 2
BL 728 A BT RE O KR %2 4IRS 50 %7
L FZ R LTOTPITBERPRSNIZ7D, 40 %
TEIZ M)A THRETLZEE Lz 40 %7 b
S MUV E TR, FEBIC X S TR B
ThHo72

IO ORERE I,

T3 EREERLTCRIFTHo 72720

HTALE 2 e L7z,
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T Time

1400 1600 1800

32 PEMRIU—ZIRBRER

GIREAR 7 ) — = v B R 2 K UR T, pHICK
L TR VDS, HTERAEIMET L7
ST A E L2 a~ b 7T AERF K51 ~[X
5512, F-MREFERIIC X 2R D 7T T & [5-612 %
NEIIRT,
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DY —Z7 B LIGED 575, 2 OB 8HE I FLRE T Ik
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T o7z, TOERE (BESK) & By+ s &, 33X
YIVNT AT - L AEMORE, —E0HGEL ko
TeRRIZEEL, TOREIS Zikse L THELL 2o
720 1ARBIRET 2 Mk L C D, SRFMIHETREOREE L1313
FRETH 5720 TNHDORRD S, T LChHdE: Ot
WX BN BhHDEEZLND,
3.3 REMHARKER

PRAFPE BB S & 221" ¥ BRI RIFCTH -
7oo BEHEMUIIIEFT, WHROAEES Tl EZET
Hbo F7z, WP, WEOWNIKRL MK TIE1E ML L

TRIRAEE Nz IS, WAKREARKZTLRN= Y
JZHI U 7-HEm R (B5AE, e ClE2E D E%

ENPRAF S N7,
3.4 ARINEYREERFER

RN USRS R 2 3NTR 9o Al mIPGAER (2 1wl
K (EAG) Kotk ORBIIEHIER) %22 h ZhKER
e LTI L 7zo 1K, diEK & b 12 BAT 7 dsn X
AERAERD H 720
35 REHMAOMIIER

FRB0EIT BRI L 72 1K (BAG) K oviER Ok

£1 ABMRTY - THBRR
3 FHELEREE ] BE% O 14 BEOBER%)
W, pH Bt e o
(ng/L) FRATH(%) AT BT
5 2 1.0 0.90(90) 0.91(91) -
3NN VT T 2 1.0 0.92(92) 0.89(89)  0.47(47)
9 2 1.0 0.96(96) 0.95(95) -
* o RPRIERIY, FHRREICKH AR E OEIS,
\
—>
—>
e VG 7Y <

X5-1 tERHFIO/ O M T 5 A

BCAM_20190111_StoreCheck_pH7_2h_light 20ppb_in_CHICN_10uL

D O

X5-2 JEE5 (0.58FM) ®#OI/OYKMT T L4

BCAM_20180111_StoreCheck_pH7_8h_light_20ppb_in_CHICN_10uL.

X5-3 SR (28ERE) OV OY KT T4

BCAM 20181221 StoreCheck_pHT_14d_light 1_20ppb_in_CHICN_10uL.
|

BNV TN T 7 —d

X5-5 #ERE (14B) OO T T L4

X5-4 SERE (BEFRE) ®OI/OT T T4

o G BRI XV A L e
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BSGHE) 2513, WRWEIIRE SN Rhrol, ¥ MS/MS (SRM) EIZ X 2 MERHMTH o 720 1278

ERHFBRE (IDL), sfridsit FRfE (MDL) R OVE HOAFTVEWBICHCEZ LN TE, RERT TV
HTRE (MQL) 1 ZZFNZNHEHAEMET 0015 wg/L, y. RO XSAEBLT, BELA L Y ERINT S
0023 ug/LKTU0.059 ug/LToh -7, ZENRTET,
Q) BEHAEEICHERT Y E= v A TR P VR
4 F£&O W7ellE T, B EE E HE TSRS N
IRVIIVF U AV T 7 —=DHNEERF L, RO T&7
B, (3) FAMHC & 2 HOALE T & Wit L, AT A AT K,
(1) %W I13ESI Positive E— FTA + »fbdh, LC- TVAY, BBOMICHEFTAZET, 2)V=VF o T
120.00
——241>241
100.00 - —-—241>223
—4—241>213
8000 ——241>198
Y | —te=241>181
%i— e —0—241>171
& 40.00 - ——241>157
—241>143
20.00 241>131
0.00 ——241>111
N
¥ G ¥ ¥ ¥ ¥ ¥ ¥ e ——241>97
T
X X N S S X X N S
N Ko N D) N & & o &

X5-6 X IRESEER IC L BIRERD (REFFHIE, FIMREZ100% & U @)
G, BINREICHT 2 ZEBRFEICH T 2REEERT.)

®2 REHSBRRER

. . AR R AR (%)
Wi W R4 ‘ 0D _
(ug/L) A 8 H% 15 H#% 33 A
DV ALY 030  27.3(91)  27.5(92 — —
LT O 270w
R HEK 030  24.5(82)  27.1(90) — —
NIV
apll 30 28.1(9%4 — 30.2(101 —
e R oY (1o
. HEK 30 27.5(92) — 30.3(101) —
.
s FEHEWR (TEX) 20 20.6(103) — — 20.5(102)
TR YRR R
FEAERR () 100 96.6(97) — — 100(100)
*OKFRFRIL, PARNREICH T A RTIREOEIA,
#3 FMEREHERER
e e Fa v AH
wEs R4 "ﬁjf %35% R %ff e
(ng/L) (%)
. 100 0 1 <0.023 — —
apl
3N YY) HI 100 0.010 7 0.078 78 7.6
A2 M ke . 100 0 1 <0.023 — —
WK 100 0.10 5 0.77 77 4.0
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MR EFE-EDD, BAUF2 IR S iz,

) E=F—AF VIZXoTIWERH LI NG, HE
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Estimation of Pollution Load from an Area Adjacent to Lake Kojima (Kita Nanaku)

BEFFL, AN, S5RgAT OKEED
FUJITA Kazuo, OGAWA Tomoya, YOSHIOKA Toshiyuki (Water Section)
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P17 kg/ha/fF, A8 FE D516 kg/ha/fF, 40 AD46 kg/ha/fETdh - 72, 104FE M D AR & PEHLAM=IZCOD, 4
FEROEY) AT EHIIRE KA/ RN ZZLIN S, =Dy — 2 THR T AR S5 17z,

[¥—7—F :COD, 8%, Vv, HHANE]
[Key words : COD, Nitrogen, Phosphorus , Pollution loading amount]
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AL, EATEEOKE OKHEE - —80KkH) oA
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COD 2EFR 2VA
FEiE
e/ hat £ 414 73 21
o 52 16 3.8
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[FAEMRE]
EEIR A TR 72 PP X 51 4-2 4 2 OB i O LR
Fundamental Study on Treatment Method of 1,4-Dioxane with Activated Carbon Column and with Fenton

Treatment

el SEFREAT, AIEE OREFD
URAYAMA Toyohiro, YOSHIOKA Toshiyuki, OGAWA Tomoya (Water Section)

Z F
RS T BZEROT = 7 b VBN X 514-T 4 F 4 2 O IR BT 2 MET L e IR 7 AT, ¢50
mm® A T AEERA00 g% FolE L 72O R R A%620 me/kgTH D, 14-V+ FH 1 mg/Le &K T 5HEK %2100 m®/
H (3000 m*/H) RLEES 2 72D (Z LB 2 iP5 134900 kg/H & % B 7230, GTEROKEADTEHE L 2 Y BER TRV E
Hr s sz, IS EMZ 727 = 2 b VBETIE, 84 4 VIREDUKRE G E L3RS  — kA ALk E
AR IGHEGTLREBECTHRIEL-E A, 14-VF Y 1 mg/LOBEPIK % 8475 CRBEILHED T F TR 825
ZLDTEDFEMHE RN L,

[(F—T—=F 14TV FF5 2, PORRBEL GRS F A, 72 > b 2 ALH ]

[Key words : 14-Dioxane, Wastewater treatment, Activated carbon column, Fenton treatment]
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A F VIRIRE 210 C

4% VLEILE 70 eV

Wi SCANMIE (m/z 30 ~ 300)

E=ZY—AF Y 14TVFFH Y m/z 88, 58

14-TFFH%-dg m/z 96, 64
24 14-TF XY ORMTE

HoPLOHTE 10 mLEHRKIO mLTI > 7 4
¥ a = v 27 L7:Sep-Pak AC-2 PlusiZ, i#}/K%10 mL/
min®» A ¥ — F TR L72K, @Okl Y700
A% 210 mLCHEM L, MAKGEERT b)) o A THRAKE, 1
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B, HOr— b ELTIAVE R v -dd BRBOR
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T L UENH o770, BHEIEKELTE ¥ —
JHB O EZER KB DK R L 72,

COMKBEOKDCODIFI0 mg/LEETH 1), Rl
5355 D K LB 3% T AR M AL PR 0 AR TR B L RS & AT,
COD 10 mg/L#EE T T b L7k 2 g L7z,

B, W—ALOBEMWT, HAKBEOKEIAKTHL2L
DAL THW,
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mg/L) %@# (LF [##] &vo,) 3 2EKE%E L
KL 7z
26.2 HWHTIEDKEE

WP R AEE T, —RICERLIERH L 0D,
PRI ) WAERE DB E WD 20, WTERA 200g
(¢p50mm~ 7 &) %l L 7Pk z oM L14-2 4
XA OB F MRS, WP TR B L TR Z I
MU IZA LZ25, WHESD T MBS BERIEK Z @
AKLUT, @B L7zKRESWNL TLA-DF FH VRELRD
720
2.6.3 BEHELEOWKRET

W LG RE XY ) — Vi & ML D275 3
THAWEL, Brahoiltk s 7 5L OWAERET) % ik
L7ze A% 7 — Vi, Mol L2 RA 2002 (¢
50mmA 7 A) EATAPLIY)MBL, A¥ ) —VIZE
WL CHE L% BYKTILTTE, 25/ -7
Wi L, WEES T A ICFHE L CHERIEK Z K- 5B LT
14-TF 9 ViREZ RO 720 MBASLIIE, Bl L7060k
KB 400g (p50mmA 7 &) %H T ALY ML,
PEILT350 C CARFHIMBVLIE L 72, FEEES T A ICHH
L CTHEBPEIK 2 K- 57U TLA- D o F 4 ViREEZ KD
72
264 EMROERVEEEDLE

W RAZ D (50 mmA J 4, 200 g), @ (¢50
mm* 7 4, 400g), @ (100 mmA T2, 400g) D&
BOREL, 14VFF Y021l mg/LE% s XHHML
TR ik L, B8d 2 ke & i L 72,
27 71> b RBICKB1,4-TF XY NIEHKR
271 712 b RIBEDORE

R O#E (BUF T3XH] L v9o) 2#B#12, 300
mLE — 7/ —RHK250 mLE AN14-VF 59~ 2 ik
100 mg/L& %5 XML, 1 mol/LO%iEECTpH 312
715, HREE PR EFe () 4 4 > 1.0 mmol/L,
Lw9 M 1.0 mmol/L, #MERIL/AKFE : 10 mmol/L& 7 %
XIOBIML7ze €—A =ik % mix -T2 iZA L
AL HMLEDZE U — 7 — A S e L, 051 & 205
BO1A-VF X OREEE L7,

B, REEDIAVF XY 2 &6 SHKLBLO R
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BiE L, 005820 0HO14AVFFY 2 OMEZNEL
ThrEFEE RO,
272 BRIk E R85

Ty N VIBIE1IA- Y XY VTR GRT D TR
iz, MIZHFENLEEW OISR T7 = v b 2 EkE
PHBEEINT, 14 VF XV O5HREIPEDLZ LD
MESN, 2T, FEBROPKME % M5 L 72 Bk
KEHWT, T2 &REOWRE L L2 THET L 72,

BHEPEK250 mL 1214-V 4 ¥4 v 2 BE] mg/LE %5
EimRmL, EREORELERIOLEBY EL, 0 51k
L20 HEDIA-V A XV L OREEWE Lz,
273 RICEFEO®KE

2057 TOMBLCTRYFEARD S N7 KRB IREDH T,

FRICIRREE IS BT A ROBICEH L, RHEZER L7056
DRSO M Z W S 22T 5 720, BiEdEK250 mL 121 4-
VXXV U EREL mg/LE b XML, £REL
20 D1DPEFE, Fe () 4 4 > :0.050 mmol/L, L w 9 I#:

0.050 mmol/L, #EE{LAKFE : 050 mmol/LT, 055EH» 5
8045 F T EIC1A- VA VY OIREZ W E L T
DEALE RDTz0

3 HBRBERRUEER
3.1 EMRD T LKL IBREARER
311 EMEROEEER

2.6. 102 B W 3FEHH O 15 1k e D B8 5 2 B HEK o i K
AR L2/ R &2 IR, KRB TIE64 LT, 1
PERRCTIZ79 LTHGB L2zoicx L, &M AIZ249 LT
Wl L 7zo 3SR AIZTEYERBO3IE OWAEREI25H 1,
WEROMEICL WV KRELEDDHD LWL E RS
72

Rl T2 hREBICHETIERPEKPOEHEOREL14-DA XY RE

#HIKE (mmol/L) 1,4-V A4 XY B E (ng/L)
Fe(I) A4 | Lw 5 g | @b KHE 0 /7 4 20 5y #
SC R 1.0 1.0 - _
D(1/2) 0.50 0. 50 1.0 <0. 01
@ (1/5) 0.20 0. 20 1.0 <0. 01
®(1/10) 0.10 0.10 1.0 0.10
@ (1/20) 0. 050 0.050 .50 1.0 0. 30
0.14
B EMER A 400g
0.12
< 0.10 A A TR B 400g
%j) .
& 0. 08 A O &M% C 400g
1 A .
= 0.06 - [ - ,
[ L il i L il it BRIFE ALY 0. 05mg/L
fé 0.04 A ’-
0.02 A [
0.00 AJ-ﬁ—I—I—I—J .
0 50 100 150 250 300
A = (L)

B EMROEEEBHERE
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3.1.2 WHEIFEOKRIERE

2621 VT TROBGEE L7z R %2 2187 »
CIE AN F TIZIE IR EE AR 2 (28 L T 7z oixd
L, »LIZAERIZ2HBUEICEmML, Zokoimom
EHRUTH > T 7ze 14-D 7 59 0 2 S 7z ik i
BT L EDPAIATIEMERIT) &, WAERDPMET T
B2 En0, IHHERWAEE O R ORI E L7z

SBEDLDHTETY &, 14 VFFT U ERET S
T73% U AR 9 2 W e PEAvRe Sz,

3.1.3 BERBOBRIHRER

2631218\, X ¥ — ki & BRI 0277 X THA
WPRLL 72225, X% ) — VBRI X AHETIE, K3
AT EBY XY — VTERI R O ¥ R Tk
BWLTEY, 14-TFF 5 VIRAERIIEHMEDS %I

0.35 1
0.30 1 . " (]
~ FHERON EA g
= 0.25 &
£ [
~ 0.20 ® [EPEER A 200g
i
Z 0,15 -
¥
I o
& B AL
SRR W1 Y- D < —— B BT AL
0. 05 mg/L
0. 1
0 50 100 150
B R A (L)
B2 EMER OIS BHEAREDEL
0.12 -
010 ® JEIELR A 200 g, Hihh
—_~ o
S 008 - J O JEHES: A 200 g, AF/—NYEHH
2 0.
20,06 - d .
o S— DI — BT I Y
3 0.04 - f ) 0.05 mg/L
& o S0
0.02 - o
e
0.00 00 Qo :
0 50 100
B (L)
R3 x%/ =)Vl BEMEROEIE
0.12 -
A A TETELR B 400 g, Hrih
0.10 -
5 0.08 - A A A JEPERB 400 g, MAVLEH
E A
R Y S 5% 3L e
20,04 - A A 0.05 mg/L
é3002- AAA A
e A A‘A
0.00 +—AAN-A LMt . .
0 20 40 60 80
B R (L)

X4 INBASLIEIC K B AR DOETE
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FCLAMEL b o7z ML TIIMATIRT EBD
HrinE D87 %L £ TR L 72,
31.4 EMROERVEBED LR

26 DN e O T K N T L &V R B
ZHBR L 724 ROBREZRSIIRT, ML ¢50 mm# 7 A
T200 g/ £ 400 g %2 i3 5 &, 200 gTiX87 LT
W L7z L, 400 gTI3249 LCHGE L, RO
ARG TH 525, Bl T 5 F TOBEKRREITIMIEL
WZFTHImL 72,

—7J5, FT400 gFeBT ¢50 mmP T 4 & ¢ 100 mm 7
TLERLETHE, ¢50 mmAy T A TIE249 LCTHE®E L 72
DIZH L, ¢100 mmTIZ178 LCTHMBIT A2 ERM L 2D,
¢ 50 mmy T LA DORTERE L 2o 72,

IhonZers, FMUEEREHWELETH, M
JEIEIZ & 588220, MBEPEVIT ERERDE
BT ENbrol,

BT 5 FE TOBEBRENRDE 05726400 (M
KA, ¢50 mm#y T A, 400 gFEHL) OFRE GV R
BOBBAr— VT vy 7L CatHEE L2825, 149
F %41 mg/LOoPEk%100 m*/H (3000 m®/H) L
T 57O EREE REIZINH Y4720 4900 kg % -
7oo WP B14-9 4 F 9 VIREIC X o TR ARG R
357 575, AL RR O UGV i g 3 OGP 7 % e A
TS 2 UER DD EF 2 6N, HRBAETDLA-
VEFFY U OMMITa X O EH, S ERIZEE L v EH
Wiz,

32 T2 b RBIZES1,4-DF XU NEHRER
3.21 HERMEBOKRFER

27PN, XBROGMTHIEL72E 25, 20504 D
L4-TF 4 0 OFRAFEN25 % (BrE=HT75 %) THYH, 13
IR EB Y OFRTH o720 T/, FHAEOREE L

o H iR BT (mg /1)

RO L CTHE 247 o 7258, 14-T4 % ol
S0 mg/LICx) L20 0 03175 mg/L, WA
35 % (BrZ365 %) Th Y, WIEFEIVESTOHRERR
DD LTz,

3.2.2 1EHEHEKE AV REHER

2721206, 20 DAV F FH v OREEZMEL
Too BRERIDLEBYTHY, 14-T4 FH LD
1/100CTH 57280, @DFM (LED1/100#HERE) TH
2053 TR DFRAFEL0 % (BRZEEI0 %) & 3CHRE D & bR
KRTHY, QO5KMHF (LWO1/S50RIER) TIX20 &
BRI TEE (001 mg/L) T Eho/zbnE#z
b7z,

323 RICEEDKREHER
3220@DFERT b 2053 B DBREFT0 % (FRAFE30 %)
E—EDOBRERDPHREINT-DT, 273005 HEH, S
804514 F T2 HEIC14- V4 X4 OREE M L 72,

B, 7xv VBGOSR F R KERILEE LT
L ST 25603, FAET 2 KEBRILEEA T v P
DOUIEAEE %2 5720, $-A 4+ Y OWEIZ X 2 FIR%
fibhnwZ e LnE, QOS5 TORMBIES S =
1328 mg/LTd o720 (BIIESRE A = 0 — KA
10 mg/L)

KR A X6ITRT o 947 5 ChrELHE (005 mg/L) BA
TIPSR EHRMETH 72, 2O END, E
BEDPEAR ML % @D G (33 O ik BE A3 SRR E
1/20) ASEH T E 7286, WRAKER 250 2R EEREIR C &
L, Pk icEEN51 meg/Lol4-VF F49 0 2 RE
HMEPTFTUETE L LEZONT,

324 SHOEE

£lald, 250 mLOBIEECRERE L7225, FEEEOPKL

His (WA T 254G, 2 FARRG & 3B L [

W OIEPER A 200 g
(¢ 50 mm B 7 &)

& IR A 400 g
(¢ 50 mm 7 L)

@ JEMER A 400 g
(6100 mm B T )

BBE ELYE 0. 05 mg/L

0 100

Vi L (L)

300

X5 EMEROFTEERVH S LR EBHRRE
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0.5 -

0.4 -

0.3 A

0.1 A

1,4~ F % B (ng/L)

y = 0.97e0-064x
R® = 0.995

60 80

7 = b LB (53)
X6 7> bREREEE14-DFFYREOEL

DB THEANTE DD EMEET 2 LEND 5. T2,
SISO REROFE T L CRERZEFH L2
A, PEKOLA-T F F4 VIRERL AW 6 U TRl
3 (Fe () 44>, BBILKERTLw HBR) O
HORREHLEEZ LN, ZNIZODVTHRIEDLE
BhobEEZ LN,

4 FEO
WA T ER 7 2 v b VB X 514-VF

Wy OB R MR L, ROMRER,

OGS O FFAE TR, BT EC L5 BB ) o Il A
SN o 72h5, BT I 5 O-8T%HE E
THIEDSE S 17z,

@A T 2T, EHEROEOIZ, HEIE D
WAEREIINC G2 B BN KRE > T,

ORI N T K ETOMR % EBEORB TR L1254,
14-Y % %% 1 mg/LOPEAKZ100 m*/ HRHLS % 720
(L 2 G B 134900 kg/ A TH Y, T A b D i
O IEALIZHE L v &R S 7z,

@7 = v RETE, BERPIKPICEEND14-VF F
1 mg/L&LEOL/S5OIEREET20 LS E S
L THITFRRELD T £ THHRTE 7,

®7 x>y YRETIE, 1 mg/LOL4-YF F4 2T,
EIRTESR O EE D PR IEHEAHLLT & 72 5 Sk D 1/200
ABRETYH, PUSKEM 250 SREICT 22 LT, 14-
Tk XYV EREREDT £ CUIT L2 EATEET
Hol,

EILERERE > 2 —F]R

1)

4)

5)

X ®
BREA BRI IR TR ) A 7 SPliE 1 14-T A4 ¥ >,
LW E DOBRSE ) A 7 B %2%, 112-126, 2003
REE RS OLAYF XY VIREL ZO
WLBLE Al (P RBRGERERBEEY - VA 2
e BERY MBI ESE T MR R & (H3N) &
#2-3% #1), https//www.
former2013/03haiki/y0323-03/mat02_3-2.pdf
(201912117 7 £ R)

REL 14V X ORBEEMICET 2R
DU SR BRI AR R BR G B & PEAK B 55 B
ZH % (%4) & FR7), https//www.env.go.jp/
council/09water/y0912-04/ mat07.pdf (2019.12.11
T R)

LA, SF AT, AR BESR RIS K 514-T
T O o BBEAIRET, R LU B O e
oy =R, 42, 19-22, 2018

B3 AR AERRAL % R U 7= 850 1 A5 B W o0 9
BIRRAL /0312 B3 A %8, AR RZAMIEHR Y K
¥ MY (KURENAI, DOI:10.14989/doctor.k18953,
2015
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(B #l

NI 38 D BREEHUHRR I |2 AR B flise i AT — B9 38 - Kok — (BB 1R
Complement Survey of Environmental Radiation Level around Ningyotoge
— Vegetables and Polished rice — (1st Report)

VAR, MK E, FEHEW (BResh
HACHIY A Hiroo, KATOU Daiki, NOBUMORI Tatsuya (Environmental Radiation Section)

23

=
B

Bl SR ZE B 8T H AR 1 WE 72 B SE B NI IR BRBEEA £ > & — L O BB A e R 2 5Hili 4 2 L T5 % &
BT OFEMEHNE LT, P30 ~SH2EZDIER, WRATHE SN2ER (Ry L Y ERUNZ H4) BT
WoRkZWAL, BUSPERR (7 F 2238 (LUF TU-238) £\w9o), 74226 (LU [Ra-226] L\v9)o)) KUN&oHKik
JEZ AT Bo “PIB0ERLISHA L 72K R, A TOMEDOU-238, Ra-226 5 U5 o i NI ELLIZ 3B 2 Bl E s

REFBETH > 720

[F—7—F : BREBEHE, v 9238, 574226, 5oHK]
[Key words : Environmental Radiation, U-238, Ra-226, Fluorine]

1 [EC®IC

Bl IV T, EISZBESE B S8 A H A5 F 2 B FE 1%
AN IRBRESM > 5 — (UF [AERtry—] &
VI o) I BV TERBBUTRE OB E (DT [
BUE ] L9 o) & BEHISAAEEE 2 B ke L TIT > T b,
BALE N R I H T 2 LR KIS E T 15 B
fli (752238 (LLF [U-238] &\v9o), 794226 (DL
T [Ra226] &v9,)) RUS->FRBEOT—51E, A
Bkt v & — B OWERHE R 5% T — 5 OER» B
AH, EEWEF -5 HIZOVTEBERICRESATY
B LR T

Z 2T, AERtE Yy — LI B % BRBEHUE S O
WEAREREZFMT 2 L CEEL LT 2ERTH
EEHMELT, BEHUNEICHCTWAEE (KyL >

BRUONTHA) BTHEREN G E LRI OB
B RS DB L NV ORAEZER L 20T, FOk
RrwEd %,

2 AEFE
2.1 ABEAF &, AERHRCHREE

AEAFICU 2o TIE, BRNEEE ISR E L, B¥ER
FIALA B SEAT S 2 SISO ) 25wk I ALK, £
72, AR R ORMARRIC oW TIE, BBk LY
FAGMAK, TR A RORKE R ZENRTHIE
& L7

22 AIEIEA, BEHEE

W H, W S R OMER L7l e B g & 1R,
BERLME TUE, U238, Ra-226% O35 FilEEIZOWT,

®1 AEREB, AELE BERSG—E

+% o HEA

BIEIEE BIEAE BITE R
U038 TBP i 5> ik + aRE N ITEE
QAR FOA MYk (CANBERRA #! oz —Analyst)
Ra276 EDTA-4Na 5 fi - BaS0, Biki% | 2n AR 7 0O—BEBIEEE

(B3L7Rh*T 4hNE4 LBC-4311B)

EF SA2FRAF UEWEE

(F-F24994-4410T74749H 3L VERSA STAR)
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SCERRF A T BRI E Y ) — XV IS L TR R
OB ORI ALBE 2 AT\, BIE LIS D W Tld, U-238 % U'Ra-226
I ) — R, SoRBEIXS->FEA L~
B ICHERLTHELTEY, AREICBVTLHE
CHlsEm H, WEHEIC L 572,
2.3 MSMREBERV S >RBEDRE

AL VR AT B 22RO E, N
YA IR R O 2 B B 72358 % ATk S akkl & L
ZNEIKERICAFERZWEL, WL EIT> 72, K
KiZOWTIZ AT R ZWEH, AL EZIT> 72, U238/
U'Ra-226 D LM 2 (23 2 SRt o wif L B, 3R % 24
JEAE BRI B (B LR A2 STP) THoZietk L,
TR S A FE A OBl e TFF80-C) T
JRAEL, IKREE L7ze 5o RRENEICHT 2 R0
BILELE, AT L VEEOANZ A, @ ERS (7
~ MR DK63) CTRE & T L, wesRaURL &
L7z0 Mk, Ha OBt (Retsch ZM200) TH#EL
7ot B EEIR G CRBHE TSR L, RS L7,
U-238i FEll %2 122w T UL, o B AT 2508
(CANBERRA#! q-Analyst) %7z,

Ra-2263 I E DWW T, 27 A A 71— HBpl &3

B (NN 70ah A5 4 A VELBC4311B) %72,
Ao BREWBIZOVTIE, SoFAF T A—F—
(P—F714 vy —H AT 51474y 27 HVERSA
STAR) #lviz, B, o RBEREIZOVTIE,
KIFER B EF RN 72 D) D 5o FHIRENDIE B 1T 726

JERERER

KRB ORERFBR L, KO 720D NEREBIZBI 5
BRI RY ~7 22 ~ 4TRT

B, BHRERINC X 2 e RO T, BHEER
HOMGEU LOY e A EME L, 3EREOYAIIND (O
Bt &R L7

AL VORGSR L 05 - BRE e R (%
2) 1Z2WT, FHAADU-238H £ IZND ~ 0.004 Bq/kg,
Ra-2260 F£ 132 C O TR, 5o FKiE1301 ~ 04
mg/kgETH o 72,

N A OREHEASRE K OV 5 o F BN E A (343)
12DV, FMIROU-238ME L4 CTOMMKTAKBM,
Ra-226i% J% IIND ~ 005 Bq/kg/E, 5o FiEE13< 03
~ 0.05 mg/kghTH o 72,

Rk O B ERAE KO85 o RIS (F4) 122

K2 RYVLCEORSMBRERV S >REEATHER
S0F
BIAZ P3| U-238 Ra-226 (mg/kg)
(%) (Ba/kg4) (Ba/kg4) 8 & KA
(EfE) | (%)
ND ND
A 2.70 (0.004=0.002) | (0.05%0.02) 30 04 874
ND ND
B 206 | 0.0010.001) | (0.01+0.02) 16 01 924
ND ND
c 265 | (0.0040002) (0.00%0.02) 14 0.1 901
ND ND
D 215 (0.002+0.001) | (0.05+0.02) 18 0.1 920
E 1.67 | 0.004 = 0.001 ND 36 0.2 93.4
: R (0.02+0.01) : ) :
ND ND
F 1.70 (0.004£0.001) | (0.00%0.01) 2.5 0.2 936
B EEDEFH ND ~ 0.004 ND 14 ~ 36|01 ~ 04
A0k
KL= U-238 Ra-226 (mg/kg)
AEHR (%) | (Baket) | (Ba/kett) - = [KRE
(EE) | (%)
ND
) xE 248 |0.016 + 0.003 (0.02+£0.01) 28 0.2 91.3
N D
BB IR0 . ! =+ 0. . . .
(g%) FRFNH 230 | 0007 % 0.002 [ (050 01) 8.6 0.6 92.7
z sy ND
i) 209 |0.006 = 0.002 (002002)
[3£]:BE55 0B EED R (H25~H29) [ 0.004 ~ 0.057| ND ~ 00816 ~ 6.1[<03~ 05
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WL, BHARDU-238iLE,
W INEETORKTARHTH - 72,

Ra-22612 L [ U 5 o R L

K3 NI A OEHMRERV S >RREMNERZR

S0o%
Wik [Rib == U-238 Ra-226 (mg/kg)
(%) (Ba/kg4k) (Ba/kg4E) & &£ KO
(BEE) | (%)
ND
+
A 053 (0.0010.000) 0.05 =+ 0.01 1.2 0.05 95.7
ND ND
B 057 (0.000£0.000) | (0.010.00) 05 0.02 %6.0
ND
+
o] 055 | 0 000=0.000) | 002 * 001 0.3 0.01 96.8
ND
+
D 056 | 0 0000000) | 002 * 001 0.4 0.02 95.1
ND ND
E 056 (0.000£0.000) | (0.010.00) <03 <03 963
ND ND
F 095 (0.000£0.000) | (0.00=0.00) 05 0.02 95.9
ND ND
G 065 1 (0.000+0.000) | (0.00+0.00) 04 0.02 950
B EE D E ND ND ~ 005K 03~ 12[< 0.3~ 005
'S\Oi
= = RiE=E U-238 Ra-226 (mg/kg)
FET EM S
RETUT R (%) | (Ba/kef) | (Ba/ket) - £ [AHE
(BEE | (%)
. ND
AlS + . .
JJK%?;@W# xE 0.73 (0.001 =0.000) 0.03 = 0.01 0.6 0.03 95.9
(%) FRF0EE 0.92 | 0.002 = 0.001 | 0.03 == 0.01 1.7 0.09 94.6
[B£1BESEDBIEBEDERE(H25~H29) | ND ~ 0.008| ND ~ 0.05/04 ~ 2.8]|001 ~ 0.10
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x4 FEROBSHEBERV I >FREIERBR

,Sxﬁi
Bk Py |28 U-238 Ra-226 (mg/kg)
(%) (Ba/kg4) (Ba/kg4) & & Ko
(BEE) | (%)
ND ND
A 072 | (0.000%0.000) | (0.00+0.00) <03 <03 14.4
ND ND
B 053 1 (0.000%0.000) | (0.010.00) <03 <03 130
ND ND
© 054 1 0.000%0.000) | (0.0120.00) <03 <03 141
ND ND
D 054 1 (0.000%0.000) | (0.010.00) <03 <03 138
ND ND
E 057 1 (0.000%0.000) | (0.00+0.00) <03 <03 10.7
ND ND
F 062 | 0.000+0.000) | (0.00=0.00) <03 <03 141
ND ND
G 055 | (0.000%0.000) | (0.00%0.00) <03 <03 14.9
HAIEE DS ND ND <03 <03
ASoFE
= < P23 U-238 Ra-226 (mg/kg)
£ £ &
BETVT BEILR (%) | (Bake®) | (Bake) [ INEL
(REE) | (%)
ND ND
Al AE 067 | (0.000+0,000) | (0.00+0.00) <03 <03 19.1
il . ND ND
(/E%) AR 0.79 (0.000+0.000) | (0.02+0.01) <03 <03 13.6
~ s ND ND
PR 055 1 0.0000,000) | (0.01:000)
[5Z1BE5E 0B FEEDFBEH25~H29) ND ND <03 <03
4 FE0H 6) R - AT 2 0> BR BT G 5 0 8 R
IR IR R A NEIEELIC B 5 BRI E R 40, 2018
Wi 2 &, A TOREOU-238L L, Ra-22604 1 J N5 5 7) R NI G 0> BB S R
FIREIIEBETH - 72, 41, 2019

B, WAEELGISHEREZEMmL, MHeHIZT—
YERERLIZVWEEZ TV,

X ®
1) SCEFHAE  asEE Y ) — X
http://www.kankyo-hoshano.go.jp/series/pdf_
series_index.html (2019.7.307 27 & Z)
2) MRRZER : ko 7 v AL oW e ko e, B
Bififg L oR— b, 8, 33-37, 1972
3) WL o NI JE 32 0> BR e I G A A T o8 R

37, 2015

A B s AT 5200 BN R S
38, 2016

5) IOl AT 200> TR U 5 S
39, 2017
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Epidemiological Investigation of Shiga Toxin-Producing Escherichia coli (FY2018)

ARRE], M Bk, A, sV FEE GHEED
Koji Morimoto, Atsushi Naka, Hisahiro Kawai, Hiroshi Nakajima, Hideaki Kariya (Bacteriology Section)

2 F

RN CHAT 2 EEHEREALERER (DUF [STEC] &\v9.) BAWE DGR L BSOS, 725847
Bhixt o B OSSR B IE R D —Bh L T2 2L 2 HI L LT, PHRSVEREIC L t 2 5 508 SN -STECH M & 2416 i &
EHITEL, MR A KL 720 ZOME, © MHEEIORD 9 B, OMiER (LT 0] Lwv)o) 15743348k (486
%), 0262°28% (400 %) TH Y, BIE LY b O260DMI AT A > 7o0 KIERHNZ BRNTEIC L 52 T A5 —FH T3,
ARV D 7 7 A5 — 12 E T, $72, FBHIRZREBRTIE, STECERIYEBRHR DL —BIFEDO—>TH LKA
RA T VT BIERRDSHAER SN, IR SR AR A ¥ Y ARTEALBEE I S 7225, Mo 28k 5 O ik 2
Bebhiz,

[F—7—F EREREAT RS, EERE, DUERSIZ TR, 2SIV A7 4 — )V RV KRENE, A1)
[Key words : shiga toxin-producing Escherichia coli, epidemiological investigation, multiple-locus variable-number

tandem-repeat analysis, pulsed field gel electrophoresis, drug-resistance]

1 [EC®HIC

EEBREEREGRE (DN STEC] &9 o) EYWEL,
WRICAMEE P TEELERICELLARHY), -5
COBEBWICHE LB 2 BEIRERT LD D%
&, RIEEAE R T REBEEETH 5, BIE, 2ED
W OBEPMESNTEY, BRNTHEHEHTONRE
EOHBEAVPFELTVDL, LALLRDS, EYHES
JERGRREE DRFE DS HE 22 728, RN 22 &G T B R Hn ok
i sk L5 L L WIIRICH 5, £2°C, 4
tryy—TEIhboko—heyrIx ML L
T, BLANTHAE L 7-STECEIUEIZ D WT, iRk
RZ TN L, EEEMEMR 2T — 7 X=X %
HLTWVD, ThETHRERSIZAMENTE (multiple-
I/
[MLVA#®:| L9 ) K OTSprinting system (DL [1S#E: |
&9 o) 1T & B DNAFRHTHEF B HN W 1 R AS R D&
WaAT> CTEZDY 7Y, SEBRSVAT 4 =V XL
BRUKENE (LUF [PFGEE] Lvi9o) 12X BFHT#ER
L —HORTEML, =7 RXR=2DOH % 5 KE Lz K>
72O THET 5,

locus variable-number tandem-repeat analysis,

2 MHERUTGE
21 EMRUERFIER

WO RMETT, PR, MRARKE S CSTECERE
PoHpEES N7z FHSRERTOMRZ R & L7, BF o
FRHIOWTIE, REFTH» SR Z =21 72,

22 REE
221 MERFIEER

IR KIS SR s (77 > A A0 & v Ciig Ay
Mz e L, OMiEh: (LLF [0 &v9o) KUH
MiER (DT TH] &wvw9o) &duE Lz, 72, dilu
B CHETE Zh o 72 WO MLIER IR, 7 kg
FEWFFERT AR L 720
222 FEBREGFRVA > FIVEGEFHREHR

EEBERBET (UT Iste] &v9o) RUOA ¥ 53
YBIZT (BT Teael \9o) okeiid, 05 0H
BLEY IS, sil, stx2f Qeae® SFR O HAZ
TaMRE LzwNF T Ly 72 APCRIEIC & ) FEh L 72,
223 stx¥ 724 TRFIER

st 7 % 4 THRUBERERZ, Scheutz & D L 727518
WCHEPL L, stel VX3 FE (stxla, stxle, stxld), stx2 137
FiXE (stx2a, stx2b, stx2e, stx2d, stx2e, stx2f, stx2g) % R
FAHPCRIEIZ L D Tt L 72,

224 MLVA%, PFGEZERUVISHEIC K 5 DNAR

026, O111 K UFO157THEDDNARIFNIZDWTIE, MLVA

P X AT (LLF TMLVARL] L wv9,) ZENGL 72,
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DRI D WTIE, PFGEEIT X 2 T % [ V7. Jk G b
FEHCHIE L 720 F 72, —3D 0268kI2> VT, 4
v % —CTPFGEZIC & 2 T & FEhti L 72, Tl BRAESR &
Xba 1%H L, ~—4—& L TSalmonella Braenderup
HO8120k & H v 726

O157HRIZ DWW T, BICISIEIC & - TDNAR (LU [1S
B L9 o) & st L7z PCRIEIC & 2 H WIS T HIEE,
FFII2MEO 7S5 4~ —t v b (Ist set primer & U*2nd
set primer) Z2WT, ¥iEH 0 % [1], WiHALZ [0]
ELTHEMIL L7, WIZ, £7 94—ty MIOWVT,
COBMEE RS TEMA S, 3Ny I 1], T2,
[4] OREZ MR L7z RZIZ,
2nd set primer®EIZ, 375> NN fE % 36~ CTISH
(2MiD3C7H)) L L, R O % FEki L 720
225 bk MHRSTECDY 7 X2 —#

MLVARIDS =B L7-b D&~ 725 - LTH
FL7. B, )Y — MDD IERTIETHRE Ssingle
locus variant®, BEMEDSHEN SN2 H %2 F &b 72K
Thrar7Lyz A (LUF [MLVAa Y7L v 7 ]
EvHo) BB L7HEIH—27 IR F—IZHHEL 7,
F 72, OI57HRIZD W TIIISH, 0268k @ —# IPFGE:
DAERZ N Z THHT L 720
226 EH|IFSZMHHER

Y TFHART (HEARI MY - T v F )
# v, Kirby-Bauerik i & 0 #) &Ml B & 9206 L
7oo HHNIT7T YY) v (ABPC), &7 7 V'Y~ (CEZ),
72y —=) (CMZ), 7445 F 4 (CTX), t7 =
¥4 (CFPM), 4 I XA L4 (IMP), x a4 4 (MEPM),
hFr<4 Ty KM), b4 29y (TC), 7u3
L7 xz=a—)\ (CP), AAKX~A ¥ (FOM), VY
VI A (NA), /vzudx¥yr (NFLX), LKR7no
FH¥ v (LVFX), ANVT 7 XA bFHY—) - MY X b
7Y AEH] (ST) OIHEE v 72,
227 KRAKXYA Y ORFE{LBEROKRE

A K Z VAR O KR, FOMIZHIE % 71’ L 72 Wikkic o
VCid, Nakamura® @ ISHERL, FAKY AL V¥
ANifLEEE (LT [GST] &9 ,) ORERTH B K
R FWEEHTHT 4 A 72X HGSTHEA R ER % F i

1st set primer?: 5

L7z

3 HBRRUEE

t FHIRSTECO HBIMIRI 2 £ 1R L7z, & M
RSTECOM I #d, 8A i b4 < 13tk (186 %) TH -
7275, 6D LI TPI026E H F ) K& 5
WBIEFED N> 12

t b HPRSTECOIMGER, E®#EHR (BT [Stx] Lw
Vo) Bl st TH AT, eaedD K O IEYH OIER &
F2T/R L7zs & PHKSTECIHE, 015743348k (486 %),
02673284k (40.0 %) &, B4 L FERIC Z 020 DRI Z% |
ERDBB6 W& 7z, FFIZO0261E, BIE XD bR
BREOBIETH o727~ ThbUstoiicid, 0111
233Kk, O115, O137K U°O17473F N EN1RE, F 7-0%1%)
Ahg (BUF TOUT] &3 %,) ws2kkimit &7z, Stx1H
D3I2KRIL, ETstxtr 7 ¥ 4 TstelaTdH o 720 Stx2H D5
MRiZ, stxla, ste2b, stxle, stx2dJi Ostxla +stx2ehS€ N
ZFNIETH Y, Stxl, 2 D334k, sixla + stx2ah 284k,
strla + ste2e VMR TH o 720 eaeld668k (94.3 %) DA
LTBY, RALTARWIRE, & CTIERBEARE
B O DGR TH o720 eaeld, STECEAHE DI M
CEIALICH G T 5 L ShTwahY, REEOR R,
eaelR A BRI B U 72 e IR AR PR A 8 A3 — 812380 &
N72b00, BBLRAINII—HTILDEEZ LN,

SR BRI T MR & I U 72 STECER YA 870 O NI,
BE (FIEE) %465, IHEIRRE AR ED» 247 Th -
oo BEOIL MEEZELHE UUTIEESE] LV,
1328% T dh o 7278, MR FFREREMGRE 2 F8hE L 72513
Wieh otz BBED609 BHAEEZTH D, MHShiz
STECIZ, O157:H7 (Stx1, 2, stxla + stx2a) H3128% (42.9 %)
L d <, RN TO26:H1 (Stxl, stxla) A5THE (25.0 %)
Tho720 stxlak Wstx2aDWiH7 5 4 TRARIE, 2F
HCHRER 2 DRI S N A EHIAFRD 7z,

v N HRSTECOMLVAWRESFIZ L 5 7 T R & —f@fT#
K& EK3IR L7zo STECTORK®D 5 HAKRA14MER (A ~
N) ©7 I A5 —1Z5BENT0 RIENESR ErhmsE,
RN B EYE D B B 77V — THANL13M4: (7 v —
THERHDO~B) Th o7z OI5THRIC L % 7V — T Hifil5

®1 b MERHO B RREIKR

Alag |5 |68 78 88 |98 |108

A 1128 1 1A | 28 [ 3B | &§

HRE] 3 0 12 9 13 1

9 11 2 0 1 3 10

17.1]112.9]18.6

10.0]12.9

157129 0 | 1.4(43
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e (FHD, @, @, ®RVO®) TIEMLVAR K OISHAS,
0260kIC & 2 7 v —7HpI5M (Fp@, @, ©, WKL
@) KOOI X B 7V — 7HENE (FFHB) T
MLVARI7S, ZHPINOWRE TZhEhER2Ic—FL
72o Flo, ZN—=THBIQTIZ, MLVARIZ—3 L 2h -
72725, MLVA2Z > 7L v 7 ARVCISE BN —F L7, —#%
M, EANBEEMED RS G, MLVAIZ Y7Ly 7 X
D=, WHREICHZE LA AT 5 b 0L L TR
MEhzs 77— FHEIDIZD W TSP 1RO &2t
MLVARI K OMLVAZ > 7Ly 7 AR f g o> Twiz, L
AL&HE, MLVAT Y 7Ly 7 ZH [18¢220] D7
2Ty 7 ATHD [18c220p] THo7-2 L, F/-2%
BRNBRE D) HHITH o722 05, F—HRKEIZ
WFRTHLEEZ DN, TR0, TOLE—
FAY—IZHH L2 7T AY—JRUOKTIE, BibEH
B CH—OMLVARI IMLVAT ¥ F Ly 7 Ak 7o
Too BRICZ S 25— 5id, ZV—T7HBIO K WOE
E IR BRI 2, MLVAZRL K OPFGERI A3 —3 L 72,

v b HRSTEC O $e A 52 M S BkS 1 % R4UTR L 72,
ISHFOEA D 5 bW FNHOEFNH LTl RL

PZHEERDS, TORRF 120k (17.1 %) T8 & A, SFRi294E 1 (104
%) LI L TEWHRHEE 2572209 B, 0157138k,
026132%k, 0115/ COUTIZ H 1k TdH - 720 WEH LR
CTXIZIi % 473 5 ESBLIE L0265 S 7z s, 4
EREIIBI S N o 720 )7, S4EREIZ0157:H7 (Stx2)
I# J 0°026:H11 (Stx1) 28k TFOMI ¥ 231 78 & L 720
FOMi¥, NFLX, KME =2 —F /0 RPHHEL &
b IZSTECHERAIEBR O —RINED—2 L SN, R
IO TERLZPIEETH S, £ 2T, FOMIFHED3ME
IZ2WT, FOMAMIFILEER TH 5 GST o i A illik % F
L7zk 25, 026H11 (Stxl) DIBDADBEL % - 72,
ZOZ NS, ORI DOWTIE, IO X B
EHEObDEEZ LMY, FOMEZIE LD L HH—%
PRI K 2L 1, STECERYE O 5 M H# 2 kE
XTI TRL, BREARRIEIC b B E RT3
BEVED D B 728D, Stk DMk L CMAEZ1T) FETH Do

JAIY 2 R O RIERANCIE, BEE, RERT
ST BT B FEM AR BRSO A SRR & s T
bho TDI, Xt vy —TiL, N L7ZSTECIZDOWT,
DNAZY, iR, S04 55 o W AR TEIR & P % OF

F2 b MHRSTECOMKRUREREDIEIK

stx BEH — fyE R
miEE Stx# : eae | ¥ % (%) (BEHE EEEH m R A
¥I547 ) REEY
HUS™+ M {& miE

Stx1 stxla + | 25(35.7) 16 0 7 9

026:H11
Stx1,2 | stxla+stx2a + 3(4.3) 1 0 1 2
Stx1 stxla + 1(1.4) 0 0 0 1

0111:H-
Stx1,2 | stxla+stx2a | + 2(2.9) 1 0 1 1
0115:H10 Stx1 stxla — 1(1.4) 0 0 0 1
0137:H41 Stx1 stxla + 101.4) 1 0 0 0
Stx1 stxla + 3(4.3) 2 0 2 1
0157:H7 Stx2 stx2c + 1(1.4) 1 0 1 0
Stx1,2 | stxla+stxZa + ] 23(32.9) 18 0 12 5
Stx1 stxla + 1(1.4) 1 0 0 0
0157:H- Stx2 stx2a+stx2c + 1(1.4) 1 0 1 0
Stx1,2 | stxia+stxZ2c | + 57.1) 4 0 3 1
0174:H21 Stx2 stx2d — 1(1.4) 0 0 0 1
OUT :H25 Stx2 stx2a — 1(1.4) 0 0 0 1
OUT :H45 Stx2 stx2b — 1(1.4) 0 0 0 1
it 70 46 0 28 24

* A E RS XA
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VW T — 7 RN—=Z2DWEEED TN L, 5HIF, &
AR R e OV GSE SR & oAt EL R I Lo L L

T HERER) 72 B2 221G 2 PR T & BRI OREEDS L E L %

X)_;Q)O

R3 E MHRSTECD Y 5 X 2 —EifER

= g0 : ! MLVA 4 ’
95258— | MmER (St Ei#No. £ MLVAZ! 2uTLys R 1S5 PFGEZ!
1
A 0157:H7 (Stx1,2) ) T L—TEHD 16m0039 180016 717557611657
3 BFBH
B 0157:H7 (Stx1,2) 17m0258 317575611657
4 AREEH
5 ] 18m0080
¢ 0157:H7 (Stx1,2) TL—TEHO 186015 717577211657
6 18m0137
7
D 0157:H7 (Stx1,2) . TL—TEHO 18m0274 317577611657
9
E 0157:H7 (Stx1,2) o TL—TEH@ 18m0451 186051 317577611657
11
F 0157:H7 (Stx1,2) - JL—TEHE 18m0530 317577611657
13 i
6 0157:H7 (Stx2) " TL—TEHO 13m0285 186008 305457211442
15
H 026:H11 (Stx1) 16 | FL—TEHD 16m2062
17
18
1 026:H11 (Stx1,2) 19 | FL—TEHO 18m2013
20
21 .
T —TEHO
22
23 .
JIL—TEHO
2
J 026:H11 (Stx1) 25 HRER 18m2024 R—/3 k88—
26 HREH
27 REEH
28 BB
29 MEEH
30 RS 18m2051
K 026:H11 (Stx1) 186210
31 HRER 18m2064
32
L 026:H11 (Stx1) 3 | F—TEHD 18m2089
34
35
36
18m2113 186220
M 026:H11 (Stx1) 31 | I—TEHID
38
39 18m2153 18¢220p
40 i
N 0111:H- (Stx1,2) . TL—TEHD 18m3045
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®4 b FERSTECOEHBZMHAEBRMER (OIIERA)

0mmiEEY | #k¥ | WitEkkE | MmiFEER (Stx®) HEHRIM /N2 — 2 (BRED
0157:H- (Stx1) P (1)
0157:H- (Stx1,2)  |ABPC - TC- ST (1)
e y o [0S st.2) e @)
0157:H7 (Stx1,2)  [oP (2)
0157:H7 (Stx1,2)  |TC-ST (1)
0157:H7 (Stx2) ABPG - FOM (1)
026 28 2 oz6:H11 (Stx) FOM (2)
0115 1 1 [o115:H10 (Stx1)  [ABPC - KM - TC - ST (1)
ouT 2 1 out:Ha5 (Stx2) TC-NA (1)
0111 3 0 -
0137 1 0 -
0174 1 0 ___==____________--——--"”"”"'__'
: 70 12
gL >~ ¥ —4EH, 42, 3542, 2018
w0 5) JEI1 #, BKEACE, PHREE, KW 2L B

RFAXEDOFERICHE LT, MLVARIBIS 2 BEHWLE L
72BN GSERT ST O BT B Se A, IR, W
RO 5351 17272 & £ L7 BIARBEBE 0 A4 05 1R
oL Ed,

X ®
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and OI111, Microbiol. Immunol., 54, 569-577, 2010

2) WA, RS, MR g P OELR B
AP B R RICIANT 7o b ROVBREEESR IS B U B g
SERE B OPA CP2TERE), RIS R
¥ —4Edk, 40, 51-56, 2016

3) AU, P K, MET T A, RIS BEER
PEAEVE R W DA Ar (G284 L), Bl Il BRI
i > 7 —4EHR, 41, 5157, 2017

4) P BOR, AR, s T PRI EEE
PEAEVER G W DA iiAs (G294 EE), Rl BRI

b

MR B D 2 % 7 O ML 7 & 9 IR B AR - 2 Fl
% One-shot< )V F 7 L v 7 APCR#: D B % & 5,
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[FAEMRE]
W L PE KB R ORR A2 BT AMLVA T O i
Study on Introduction of Multiple-Locus Variable-Number Tandem Repeat Analysis to Enterohemorrhagic

Escherichia coli Examination in a Prefectural Institute

WAL, AR, M ER, WISV AFEIER GEEED
KAWAI Hisahiro, MORIMOTO Koji, NAKA Atsushi, NAKAJIMA Hiroshi, KARIYA Hideaki
(Bacteriology Section)

£ F

W Ik KB (BLF TEHEC] &\ 9,) 0157, 026, 01110 BARELYIZ Ef#ATE: (multiple-locus variable-number
DR TMLVA# ] Ewv9o) 12X B A DN %17 5 720 MLVALEOMANE EOMEED 720,
PRS0 FE LN L Z-EHECO658RIZD W, Yt v & — L ENIRYSEM T (DUF TEBSF] L v o) OrgaR (17
BIETHOY E— M) 2R L7, ZO8E, 568k (862 %) TRHEMN—H L7225 Ik (138 % PR : O157Fk : 2#k,
0268k : THR) X ZENENIDFTOBIEZTHED) ¥ — PP RR o 720 RRDPIRL 572015750 9 1Kk, HOMARED
DNABMB I T 12k o> T E— MEMEIL L2 L EZ SN2, MOIRIZO W TIREROIFEITIZEDS Zh o 72, 026
RiL, 7THRETCTHEIZTFHOLST-37TTOY E— NP RAR Y, UL vy —TIIMIRED IR TE Lo, ThIE, Ih
5 OWRD BT HEOL57-37 TOPCRMIFERI R OE I RN & Z 2 57z, @HEO~IVF T Ly 7 APCREWBITLTT S
A=A ZERLBMOI VT T Ly 7 APCREE T 5 2 ETHE S Nz bl ers, Uty —TRAlL
72MLVAHEE, —H OO ORI TR CRENORRER L 57200, ZOMEIBBORARTFTHLEEZEZLN
7zo F72, WOMMRICE ZMLVAEANOEEZRAEL2L A, BELLTEFEFICENTH L5, 1HOHRTH- T
b E— MBI E UL Z LR ENT, 20720, MLVABZ X BT Y472 5 Tid, Bk O a1 5 % i
HBOETIENREFLNEEZ B,

tandem-repeat analysis ,

[F—7—FBEMIMEREE, SRR BT, EEiRA]
[Key words ; Enterohemorrhagic Escherichia coli, multiple-locus variable-number tandem-repeat analysis,

epidemiological investigation]

1 [FUBHIC variable-number tandem-repeat analysis, BLF [MLVA

Wi Wtk KB (BLT TEHEC] & w9 o) BEGE
&, RICEGMEZE»TEESERCELILEN DY, *
72% K O BRI L LB R ERIERERTIEb D
Bk, PR E LEH S REBIIETH 5o BIE, 4
EWIcE < o BEPHE SN TBY, FILE T EHEY
60LFFLEE D HBIDFEA L TV B ZD% L IZHIEHEHIT
b, FEHPEFHETIIERFEORESTE VT —2A
DL, L L, BTSSR Lng, JRIEa
mE R E LS BoHERE £ CaRBHREO X
7z diffuse outbreak (HWTEMISERIFEA) AHE L > TH
D, —HEESEe L b b D H— D EFEF 1D
THHILdH b, TDX) %diffuse outbreakLHEHFH
BIOEGR TR L, FEHPE A L PE 720 15
WisHER & 7% %o ARSI % BEHT Y (multiple-locus

Hl Ewvdo) &, EFEEH SN TV S5 TIEHRENTET
HY, BEOBETHEDO) ¥ — MY ZPCREICL 5T
BIEL, R R ERKENC X o TR - BfEfb LG
BT R ZAT) FETH L. ERPLEBBINTE IS
printing?k & g U CRIBIREICEN, /SVA 74—V N7
VELKIKE) (LLF [PFGEEE] &v9,) LHELTHH
FoRGIgEEA L, 2OMEHBAE . BITIE, Mk
R TZ 5720, kB ToORBRSLEFILD A
HThoHEVST2AY y b 0B Do BT, MLVABIZ X
LIENTICIE, T B RSRSE, 2ToEFITHLT
BWRESER SN L, F72, H—EL£RFEH» 5055k
HTHHIZHHEDL L THRIEZF P —BLEWIERH D,
ZTDIEEAEPLPTOBEFETO) ¥ — MR 5
single-locus variant (MLF [SLV] &w9,) T, Zhi

EILRRERE > 2 —F]R
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WA T 2BRODNABR T 5 — SRR T 2 & Sha?,
N6 EDNL, WROMHRUICY > TIMLOER
WLETH 5,

Lt vy —7Tld, ZhF TPFGEH: XIFIS-Printingi:12
X WEHECO 5 T 24T 24T > T & 7245, 4, &k
JEDFRMTAE R % & 0 BAIATBUC#ICT 5729, MLVA
HRBA LT TH28ERE D & P29 FE O M IC LB 7%
AL - BRI F O 24T o 72205, MLVABE O FEHMEIZ
W72 TIE, SHEMEZ FI V2 MRGEEIC X 5 [ S iR R
KB DRV EART R TH %o €T, P304
] 1L U C o B S 7z e b HSREHECO65#k 122w T,
MLVAEEIZ X 2N 2479 & & b1, 7RG i 2E T
(DLF TREIE] L o) WD ZKIEL, #heh
DIRFTFERZ I L7z 72, WO X 25
BIZFHEDY) ¥ — MANOEE T 5720, #AHT
B O WD IENTHE R % L L 72,

2 Tk
21 B

SERE304E FEC N T 4B S 7z e b FREHEC D658
(0157: 348k, 026:28%k, O111:3%k) %M AFGE L7z,
22 MLVA

MLVA#1x, EHEC® 9 H E£% %0157, 026, 011112

DV, MWK E Y I Uz (WF Tl
Ewd,) TEMLZZ. bbb, WHkZ WABMKIZT
#EL, 100 T 105 RmE L CDNAT » 7L — M &21E L
720 WIS, FRNTRIGL L $ 517 Fr o7 (EH111-11,
EH111-14, EH111-8, EH157-12, EH26-7, EHC-1, EHC-
2, EHC-5, EHC-6, 0157-3, 0157-34, 0157-9, 0157-25,
0157-17, 0157-19, 0157-36, 0157-37) 2D\ T, 2ff
BHOINF TV 7 APCREATH 720 57743 —3 v
7 A DKL, PCREUSE D #LEE fe PCRE M & K1 R
o MIEEMX, ¥—7 =% v EEE LK
WL oTT7 77X Y M ZATV, KEETHEDY
E— MIERE L. B, =<V A 75— Veriti
Thermal Cycler (Applied Biosystems), ¥ —2 T > ¥ —
1Z3500 Genetic Analyzer(Applied Biosystems), 7 5 7
AV MENT Y 7 b idGeneMapper Software v4.1 (Applied
Biosystems) %] L7z,
23 T7IUX2 MEITOREL

WVl v s — 2B 5777 XY MENORBEILIZS7:
0, “P294FE BE LA RE S F TMLVAMNT %2 920t L 72
FLpg 5k v b SREHECO 1618 (0157 : 1288k, 026 :
258k, Ol11 : 8%k) O#iK %z, HEMETHEDOY ¥ — b
BOBEL Lz TRHOKIZOWT, Kty sy —0
RBRE CHBETHEOTVF T L v 2 APCRE AT\,

R1 MLVAEICB T BVILF T Ly 7 APCREGERE) D&M
(MR (1 L) BiEHTY) B)VTSA<R—3Iv R
FoIL—bk 1 DFS5A4T—3yI X1
H,0 11.1 * £ TS5AT—IE100uM
2 X QIAGEN Multiplex PCR Master Mi 12.5 Forward Reverse
(Qiagen multiplex PCR kit #206143) BEFE| = o o] s |BNE |z o o | IE
F54R—Z9HR 04 IIANTE| #E 'O [T
it 25 EHC-2 | EHG-2F VIC 1] EHC-2R 1
0157-25| O157-25F | PET 1] 0157-25R 1
~ -~ 0157-9R1 3
0157-9 | 0157-9F | VIC 1= o157-9R , + TE 76 uL
EH157-12] EH157-12F | PET 1| EH157-12R 1 100 L
EH111-g | EHT1T-8FT| PET 0.75| EH111-8R1 0.75 B 1004L
EH111-8F | PET 0.75| EH111-8R 0.75
EHC-1 EHC-1F VIC 1| _EHC-1R 1
EHC-5 | EHC-5F | NED 1| _EHC-5R 1
(2)PCRIZ i & 44 0157-3 | 0157-3F [ NED 1] 0157-3R 1
0157-34| 0157-34F |6-FAM 1] 0157-34R 2
95°C 15% Hi 95 B
!
95°C 20 QFS5A4<—3vHR2
60°C 90F) (35H14)L) * BTSLI—(F100uM
72°C 60% Forward Reverse
l BEFE| = o o] s |BNE|S= —_ o | A=
72°C 10%) TN —E| B O |TIYE D
EH26-7 | EH26-7F | PET 2| EH26-7R 2
0157-19| O157-19F | NED 1] 0157-19R 1
EH111-11] EH111-11F | 6-FAM 1] EH111-11R T+ TE 82uL
EHC-6 | EHC-6F | NED 1| EHC-6R 1 & 100uL
0157-37| 0157-37F | PET 1] 0157-37R 1
0157-17| O157-17F | VIC 1] 0157-17R 1
0157-36 | 0157-36F | NED 1] 0157-36R 1
EH111-14] EH111-14F | 6-FAM 1| EH111-14R 1
Bi 9 Hi 9
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GeneMapper Software v4.1% W CHIEED DK E S %
Ko, HEOVE— M EMFITTLEIETYIE - ML
DOFEHPE & 7% HBin& % Lizo B L Lh o7
) E— FMEDOBInIlZOWTIE, BEEFA S Bl < h iz
Bin Set7—% #Z#IZ L T&E L, Bin Set7—% 123
THEL 2o 72) = MEOBInIZDWTIE, EEFAD
Bin2r65 ) ¥— bW A A2 ICEHLTRELE. E72,
K Bin®offsetlZ DWW TIE, HEARMITEMLETHED ) € — b
F A XH10 bpPA FOBEEL (£1), 10 bpZ i8R 7234
T ZOFIEDL/101 7 L 720
2.4 MLVAZEDOKRERE ORESE

FE304F FEC IR N Tl S 7z e b HREHEC D654
(0157:34%k, 026:28%k, O111:3FF) 122V T, Yt v ¥ —
ORBEBRBN WAL LZZMLVABES X 0 AT L, J&etr
DFFENTRE R & i U O A B, 5 2 B4R L 72,
B, WEEYO Y -2 B BnoOfE» 54N 8E, T
1%0)Bino> V= MEERHA L7 72, 12T 0#IET

WHEBO Y= BRO LN, RbEVWE—2

ART Y E— MR L
25 PCREEMEDEVEGFEICHTEIYILFI LY
2 ZPCRiEME

R CHIMR A R MR AR TR WHE &
WAT LTI~ VF7 L v 7 APCR (UT 36 |
EWv,) BENLZZ. OlI57RICIE, #1nT-HE0157-34 K%
OEHI-8ICHIE T 5 7594 v —3 v 7 A3% (GHBIEER
2-DIZ7R T ), 0268k K FO1114k 121, &5 T HEO157-
37, 01579, EH26-7ICZNZFNHIETHT I/ ~v—3 v
7 A4 GHKIZ 2R T.) ML,

F 72, 0268k #nT-HEO157-37C DI MER) =6 % g 72
L7200, H7s4~<w—ty MZXAPCRED EL 72

ZDOWT

COYEDTITA =KL, TIA—=3I v 7 A4TB
\F 50157377 7 4 ~—DAH % 4 CTE buffer|Z i X # 2.
725
26 BEOHRICKIBITERNOZEOTHE
EHEC®12%k (0157 : 9%k, 026 : 28k, O111 : 14k) 12
DWT, TSAVHEHT37 C Tk, 1E ol
IW=Z—EFHEL, ThEEMkE L, kI, ok
FMR % TR TSATARE M CRIBRICE 28 L, Eh 2 hefi
ORI = — 2 MR IZHIW L7z d 0 fkkkE L7z
2 R R120E T SRR #R961% & 2 & MLV Ak AT
L, SRR O REZ T 5 2 & THOMRIC X % 7
Wit REETHED ) ¥ — b B 341l L 720

3 BRRUEBE
3.1 MLVAZEDREREE ORERD

R 304F BRI L 72 EHEC D658 & MLV A i C AT
L7265, HWEEDO Y — 27 25380 SN 8E T HIX
22110527 (650k X 1785 FHE) D9 %81675)}1)?(35)’)7:_0
09 H12ENE, WIEEY O ¥ — 7 25Bind #ifH 5 5 4t
N7=7-0, EHEOBnIVRTY E— MAFRH LAz, Ih
LR RRT ORI L/2E 25, 568k (862 %) I
DWTIE, 1I7TEETEICBIT A = Mo ALY
(UUF TMLVASY — > ] Ewv9o) DI —3 L 7,
L2L, B ORIZOWTI, TNENIH»FTOEET
JETY ¥ — M B o T/ (K3, 2095, 0157
FEN0.20711%, &1z T HEEHC-60 1) ¥ — M A7 - 72,
CORERIE, FRETHIEDO L P2 LD, WO
MACREODNABR T — 12X 5> TY ¥— MEAEL L2
DTIE RV EE 2 b7z, 0157#N0.20891%, #EI&+
JEO157-37D ) ¥ — MRS H T o 720 T DORDEARTHE

£2 MLVAEICHB T BTILFT Ly 7 APCREED S M4

DF54<7—3vHR3 (O15T8BATS/4<—t k)
* £ TSA—IF100uM

_ Forward Reverse
BEFE| s v—g| wx Qﬁuﬁﬂf F542—% ﬂ”f
o | EH111-8F1 | PET 1.1 EH111-8R1 1.1
EH111-8 EH111-8F | PET 1.1] EH111-8R 11 ¥ TE 91.1uL
0157-34 | 0157-34F [6-FAM 1.5] O0157-34R 3 ll !
37 5 52 100 4L
Q@FS543—3vH R4 (0268, 0111KATSAI—tYh)
* £TS5A—IE100uM
Forward Reverse
BIRFE(- vy |BRME| 5= o o | HNE
T5AMv—%| &EHx (L) T54R—% (L)
EH26-7 | EH26-7F | PET 3| EH26-7R 3
0157-37| O157-37F PET 2 8}2;:37}3 4§ + TE 31/1'.
0157-9 O157-9F VIC 1.5 0157-9R '3
B 6.5 i 125 Bt 100u¢L
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0157-37Ci%, V¥ — M&A' [5] KU [13] D2RDE —
IHRROLEN, By y—TirLYEE—-27D [13]
FIRH L7205, BPCIdiTdh - 720 AR, O —
7 BT EETHEE G T HRRIISMRTH > 7278, G
DFGERE B2 5 72D I1IN02089D A TH 5720 ¥ —2 D
KA MRk M CRE - Z2HNIE, BB TEIAHTDH %,
¥ 72, 026%N0.2066% & ©7Hk 1L, S TMLVA/Y Y —
A= HU A, WiEEk TR TEEO157-37D ) ¥ — MY
MRSl BV ¥ —TIEZOBELETHETE — 27 22
b%ﬂfﬁ?&b%ﬂEuF—ﬂ(E%%%&L)Tbo
L, AT T1] Tholzo THDOHKIC
DWTC, EIETFEEOIST-37TOHMT T 4 < — % i\ THEHT
irolzl A, VE—MK (1] ¥ —7 253EH 12
WHREL RO LN: (K, 2O EnbH, IAbHD
WRkIL, EfmTHEEOLS7-37D MR AT N 72 w
BECE—I PO LN Lol EZ LN, FFEDH
BFHETE =7 PMEL R BBIZRIZO W T, OL7THOE
{27 BEO157-34 % O"EH111-8, 0264k o & = T FEO157-37,

2N

(i

01579 &% O'EH26-7, O111#k®iifs 7HO157-9T, ZhZ
NEEGRO LN (K2), TNLOBEETHEOY — 71T,
WIRESK T35 & OISR, ek
B EHEREINIz, 22T, WEBELEATLT, BFED
B FEOMERER L2 B E L7 74 =Rkl
m&%%WLt‘a%ﬁﬁb®ﬁ®ﬁﬁ%M:£wfk
WEHRE B L THBERZE -2 2B o0z (M2), 20
e, ToBEMmEE Yty ¥y —TOMLVAEE
WBWCTHHAGHY TR LS EE 2 bNhi,
3.2 HOMRICLIBITHERANOZEOHE
EHECO 2 ;AR 120k B OSHE A ARIOIR 12 DT, MEARHT
BOMLVANRY — 2 lig L7225, koI 5
0157#kN0.1940D 1#k J "N0.20000 1#: T % M ZHMLVA
I8F — ZBEALA D S (M3). No.2000 ZE ki
BIEFFEEHC-6TA L, ) ¥— MRSk [14] 28
HRAKRT [15] &7 o7z MORKIFRTRRIE, 4Tl
LRI UMLVAS Y = ThotzZ &h b, ZOEITH
DORAIEIBIRE C72DNABR L 7 -2k 5 b DL E 2

xR3 BEHOMLVAINEZ -2 EBE - % (AR)

JE—MNC
B #ENo. OMFER | EIGTFEE ~J . RE
BEH | SeL5—

2071 0157 EHC-6 14 13 JE—r#DZEIL
2089 0157 0157-37 5 13 'iJEI:—F%*SIFSJ&UH3J0)2$0)t—7®%1&h‘!§%6ﬂ&
2066
2067
2068

2 TD/RTMLVA/ S Z—U N —E
2069 026 0157-37 1 -2 Lt A—TIE—INERHET . TEEEYZLIE

¥E
2072
2073
2074

* -2 BIREMZL

DFS54T—29HR2

0157-37

0157-378@T 54—

0157-37

| 1000rFU

X1

(R : OFF714~v—13

e

026#N0.2066 D B{EFEO157-37IC & T 2 EIBEMDE -
v g 2% BV 7D Samples Plot

A : @0157-3783T" T 1 v — % FL /=D Samples Plot
@, QEBHICA—FT>TL— b aFEAL THE)
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bz 72, O157#kN0.1940DZEALIZ, 5T FEOL57-
36 )% UFO157-37D27° T TH: U 720 A4 FHEO157-36D 1)
Y— M, ko [9] 2fkRkkT [-2) 1, 72
IR THEO157-370 ) ¥ — MK, Rk [2,6,9] (K —
7 OFEEIE, (6] > [2] > [9])) 2kkkT 2, 9] (E—

(1) O157#No. 2117 DIEIEFEEO157-34 R NEH111-8
DF547—3vHR1

[ 0157-34 ]

1

DFF4v—3vHR1

EH111-8

[T

'

HMI:‘ |
_ ) Vs

"

JOEEIE, T2 >T19) 1ekote 2F Y, T M
0157-36Cix [9] o ¥ — 27 KL, #is T HO157-37
TR3EKDE—=27 DB [6] DADHEK LIz, & EIENT
L7217 Fr o@D H b, 0157-36, 0157-37 K% O
EHC6IZ 79 X I FICHRLTWwWA D, I A3 FS

@FS4<T—3v9 3

[ 0157-34 ]

@7514<T—3v9 3

EH111-8

T W

[0 ] —

(2) 0264kN0.2097 D& FEEO157-9
DFF4T—3vH A1

- . Bl

(3) 026E #No.2096 D= FEEO157-37
DF54v—3vIR2

0157-37

1000RFU §

(4) 0264kN0.2101 D& = FEEEH26-7

DFF4T—3vHR2

- |
10008FU

QT4 —3vH24

0157-9

$ ¢

[ -

@751 —3vH R4

0157-37

)

10008Fy

i

@7514<T—3vYR4

(5) O111#No.2112DEEFEEO0157-9
DF54—3vHR1

’

i
[e==] &

Q@F31<7—3v/U R4

e T e

X2 “IVFT L v APCREMEIC & DEIBEHNDE — 7 DHE
(RO : BEED~ILF T L v 7 APCRIC L B Samples Plot. A2 : v JLF 7L v 7 APCREMEIC & B Samples Plot

®, @EBICA—FT>TL—bEFERL TLR)
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(1) SLVEE {5 (01574#kN0.2000)

EEFE
Eﬁ*&k EH111-11 EH111-14 EH111-8 EH157-12 EH26-7 EHC-1 EHC-2 EHC-5 EHC-6 0157-3 0157-34 0157-9 0157-25 0157-17 0157-19 0157-36 0157-37
" 2 -2 1 4 -2 6 4 69 14 13 12 10 5 6 6 11 710
BIEFE
KRS | EAREDLEE
EH111-11 EH111-14 EH111-8 EH157-12 EH26-7 EHC-1 EHC-2 EHC-5 EHC-6 0157-3 0157-34 0157-9 0157-25 0157-17 0157-19 0157-36 0O157-37
i sLv 2 -2 1 4 -2 64 69 15 13 12 10 5 6 6 11 710
7 | #emL [ 2 -2 1 4 -2 6 _ 4 69 14 13 12 10 5 6 6 11 710
(2) DLVEHI (01574#kN0.1940)
BIZFE
E‘Jj** EH111-11 EH111-14 EH111-8 EH157-12 EH26-7 EHC-1 EHC-2 EHC-5 EHC-6 0157-3 0157-34 0157-9 0157-25 0157-17 0157-19 0157-36 0O157-37
- 2 -2 1 4 -2 5 5 210 6 9 12 11 5 7 6 9 2869
EEFE
MRS | EAMEDHEE
EH111-11 EH111-14 EH111-8 EH157-12 EH26-7 EHC-1 EHC-2 EHC-5 EHC-6 0157-3 0157-34 0157-9 0157-25 0157-17 0157-19 0157-36 0157-37
1 DLV 2 -2 1 4 -2 5 5 2106 9 12 11 5 7 6 -2 29
7 -5 2 -2 1 4 2 5 5 210 6 9 12 11 5 7 6 9 269

X3 #MRICLBMLVA/NZ—2DZE1E
BROE-IDPRBOHSNIBEGFEICEEROBRFERT. £/, E-VDEEE2T 4> ML XOKPITERT,

[—2] EiEEYEL  SLV

INOOBIETFEEBEBRA L TW2E, BEICX
T2 OBIEFHED ) ¥ — MAPENLT B EEbR T
%%, TOT LS, NoldOTEALA S Nizikitikix
BARTHEOLS7-36 . FO157-37% AT AT T A I KH ﬂ’l_‘
FRIE LA & OB THid% L 7zdouble-locus variant (LA
T IDLV] &w9H,) ThrrEZON, 72, 20
HoO0157-370 [2, 91 1%, [6] L3O 7 7 A3 FEIZ
B o 7272 DIFRAT L7 WA D % 75, JEIROFFEIZ I
Fo TV,

AMFAEIZ & - T, 72& 2 1MOHMRTDH > THSLVR

DLVE WS ZZEALBE L L EBHEN LR o720 ZD
HHEEIE21 % (2/968k) Th o728, SIIKGE L 7 Rk EL
3%, TRBIMEMCELL EERONL 20D
ZALDIEME 2 UL % KD BT W AN LE L E 2
%o

4 &

Llnl, Yk v & — T L 72MLVAE DMK E % i
RY 5720, FR304FEEEIIEE L 7ZEHEC D658 % H
THLr = LIEGMORRE LKL 726 25, O
fETHEOBIEEY DY — 27 BBBHR%E L -Bino#
FNICRED bz &, @—EBOKO—ERO#IETHET
JE— MOMHENEDOLNIZH DD, ZOMOKTIE
MLVAR Y — U PEall—F L7z 2 &, @—HD#ET

EILERERE > 2 —F]R

single-locus variant

DLV double-locus variant

HE&

THIERN R DL > 72785, B2l H L BT LT
FEWiT s L CHELHRERONLZ LS, BBD
REFVIEETERTETWE LEZ LN,

F72, WOMRKEODNABB L I —HERLEEZ BN
AMLVA/S S — v D2 biL, HEE LCTRIERICENT
DDA, EBROMRERICORI VL LWL RIS
rotze 20720, MLVAMHTIZ S 725 T, Mo
HEBHBOTZENET L VEER D,

SERS0AF I A 578 13, EHECIC X 5 IR I8 722 & 4
fE - P EICET ARAICB VT, 0157, 026, 01110
BIETRMA R ZMLVAEICK— L, @ —4 2 Hib

i}

HBECTHET AL E LT, 2020, By —ITB
WTHH &kt EMLVALEORBEREZ TV, LIS L
TYUFETATETH 5o

B ¥

MLVABEAIZH 72 ) \fFEE W2722%, 2 L THIk
DMLV ABHT#E R OIRMBE 2 7272 & F L 72 ENLESSERT
T DIRAEF B REIEH LT T,

X
Hidemasa Izumiya, Yingxin Pei,
Makoto Ohnishi,

1) Jun Terajima,
Tetsuya Hayashi et al.:

New system for multilocus variable-number



2)

3)

tandem-repeat analysis of the enterohemorrhagic
Escherichia coli strains belonging to three major
serogroups : O157,026,and O111, Microbiol.
Immunol., 54, 569-577, 2010

WA E i W KB T O 55T AT IS D W
T, BREERARMTANNGE, 202, 611, 2018
W5 e PR R AR A
S TIWMER T —F v 77— TR IR
HEMLVAN Y K7y 27 (0157, 026, Ol11##) %
1, 2017
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[FAEMRE]
EHE R R W O P EFR A (P28 B~ Pk 304E L)
RN DL ¥4 1T DA DOWT
Epidemiological investigation of pathogenic bacteria (2016 ~ 2018)
Epidemiological study of Legionella in Okayama prefecture

PPN, E YL, ARARSEE], AP e, g e GRERR
KARIYA Hideaki, KAWAI Hisahiro, MORIMOTO Koji, NAKA Atsushi, NAKAJIMA Hiroshi

(Bacteriology section)

£ F

P29 BE~TFIB0E N THRAEL 2L VU 2 TREBEN LM E N/ L V0 & T B TR O P84 B ~ )
SVMEFEICIBNARGG OB RENL S FHES NI L V4 A FTBEWIGHKICOWT, PCRIBICK D WMZ FE L7, F7-,
Legionella pneumophila & [ 5€ S N7 HRICDOWTIE, METERREEZ I L 7zo ZOR5H, BRI M 1A68k K
OB RE3DSIRT D o 720 AR RMRIL, 34 % U CTHEREG, 3, 1DMHIZE  SFER2TAEED Y & v & — 0 & It
L CHLERECDS S H o 720 MUIEREL D248k K N IIEFE3 D8RI DWW T, sequence-based typingi#iil X % i fn T-H I % JZ i
L7 & 25 —jitigg TlH—o#Efa % (sequence type, LT [ST] &9 o) %IRRT BERDE % g T CTHERE S 7261,
GBI B D OO BE MR & R AR — DSTZ /R T HBD RSNz T2, FERB0HE7TH I A LN
RIZBU 2 B OB AR IR CRAE L 72 BE28 70 S —DST 2RI HES N2 B 05H o 725 YT
T&Ldolze SHIT, SHOFAETIE, BELOBHIAD SBEBOFHST %2R Rz 0 8 SNz,

[(F—T—F: VU447, Mgk, SEF8 R

[Keywords : Legionella, Serogroup, Sequence type, epidemiological investigation]

1 EUCBHIC ZOrHEL TV B BN R 2 5 A H R E AT L,

L V% & F%ElL Legionella pneumophila (LLF [L.pl
L) BEREFLTLL VAR TEWIC L S MEIERYE
THDH, RIAEGICrrbEELMRZIIEREI T
ZEWHY, BISEDO TR K OEAE D BZ I HE
PEICBE 9 2 A BT A WHIRGYE I E ST b b,
HAZEIZBWT, LI A TRERBES O BEIH
HEINTBY CEHR28E16021, FR294E17331, FHk
304F21301F), MRICAREERG D AL T b, WIS
BWTh, &EEELFEMKICHBEL VL TEFIEAEL TS
D, AR OB R B R 284 23261, 12941 %330
ETH o 72H8, FI30FEIESIF I L LIT AT
BRI TIECKEREOWAERTH L0, =70V V2%
S5 NTRED IR E R T L ShTnwds L
T A FIEDFBIATEA US4, R 1l s
X HERR D 5 T RNT S X B IR O FEM AT EE TH %,
L2LZ25, —IZV V44 TR, IRPPURE L
TR X > CBWT 5720, RERBES S 5Bk
BALZLIEINEETH L, SMHFKAEE, LI ATEE

TRAEFT ol S N7 K SE O R & O T o 1T
FRERL 7. O, HTOAMREHRTOTHET %,

2 MERUHE
21

BNOIEFE D S 5532 L I F £ ZHERFEICH
KDL VA TIBETHE CPB294F BE3E K OV HL304F
BEARR), ORI S5 SN RRBTOEK,
HRROY v 7Y — T BT 5 # RN O
FEPRIZBE T 2 EEHNCHLUE § 2 Fid B 0w HIBE K2
NZENHKT B L V4 4 7 BHELLGME (T H284F L6217k,
P RE294F BEORR Je OPIRB04E BE230k) D AR 1228k % ff AT
DR E LTz

BB, HHECOVTIE, B, P e bIEE
W29t > TBCYE a 53 (buffered charcoal-yeast extract
agar with 0.1 % a -ketoglutalate) %% H T 5 L,
TR L VA A TBW TH S Z &L, MR
BELBZWIE, F728bGIEIC BT 2 REBIY 2 A B &
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RETHIETHERL
2.2 PCR&ICLZEEDETE

LT ONHERIZOWT, 58 rRNABEE T 2R E Lz
LI A TR W& R RSB § 2 PCREE & F i L 720
F72, BERLABRICOWTIE, mip a2 N L
L7zL.p% R RN 3 2 PCRIE & FEfti L 72,
2.3 IMEFRIEAER

L.pE R SNIHERICOWT, L YT & T 50EImE
(7 AR & HV, SRR B F2 L 72,
24 DT

1L 7% BE1 D248k T O I 3 BESO8FR 12 D W T I,

sequence-based typing (BLF [SBTJ) &w9,) #Ei2 X
B WAL TRV & E LR GSERFFEAT IR L, s R
(sequence type, BLF [ST] w9 .) ZREL

¥ 72, MIEHELO BRSO W TIE, Kozak 5 0 J7 3
XD, WEENEE OBELSRR SN TV D lag- [EIAT %
BERg & L7-PCR#: % Eliti L 720

3 #R
3.1 SEHFORERCMER

FR28 ~ 304EEE DS EERRIC O W T, MR ORI, Hik
B WIAREL WA OISR E KL CPR28EEE), #2 (F

K1 FRBEEICHBSNEZLIAXIEE
BRIADIESE TEEREL | BRIAHL | DEEARE RERVMER
Ak 32 46 53 ag)ls/%/lg)*%(ié%),(%GKW), SG5(5), SG6(16), SGI(3), SG10(3), UT(2)
IxTI— 4 6 e
ENEEIK 1 2 3 L. p SG1(2), SG3(1)
it 37 54 62
SG : ME#, UT : MBERATEE, O : #%&¥, L p : L pneumophila

FK2 FHROFEILHHEINLLIFXTEE

BiADIELHE FEERER | RIAR | S BERE HRRUILER
sk 16 2 26 ée ;1 03(16)7 l(Js;)(,ses(s), SG4(1), SG5(5), SG6(1), SG7(1), SG8(2), SGI(1),
Rk 2 2 2 |L p SG5(1), UT(1)

Sxgo— 1 1 1 L p SG1(1)

AHEIEK 1 1 1 |L p SG6(1)
BE 3 3 |L p SG1(2), SG3(1)

&t 20 27 33
SG : MiE#H, UT : MBERATEE, (O : #&% L p : L pneumophila

R3 FHIFEEILHBESNAELIAXTER

BRIADIESE TEEREL | BRIAKL | DEEARE RERVMER
Ak 12 16 18 ag)iCS;Z_)*SaG%%)(%GMU SG5(1), SG6(8), SG10(1), UT(3)
OGO — 3 5 5 L. p SG1(2), SG6(1), SG10(1), UT(1)
BE 4 4 L p SG1(4)
&t 15 25 27
SG : MEF#R, UT : MEBERATEE, O : #&¥, L p : L pneumophila
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W29 HE), #£3 CPHB0EREE) K U#E4A (P28 ~ P
30MFE) 1R T, & d, [l —HRAkD & ] — M HE O Bk A
BROTHES N72E0E, MRS L THERFL 72,

LpD MG RERRER O R, BB HROTH (7294
FE 3K P BL304E BEARR) 12D W TId, P R294E BE o 1Rk 13
MEHEITH > 72A, TSI ETMEREITH - 72,
AR B SRR 2 AR FE NS A B & PRk 284E FE I LT 6 (16
FR), 3 (13%k), 1 (9%k), “FRe294E B 12 3 (68%),5 (5
), 1 (3Bk), “FRE304E B i A6 (8Kk), 1 (28k), 3 (1#k;
MU #E4, 5103 k) DINEICE o 720 ER 2 L
THZ &, WHKESEFRICOWTIE, MiEH6 (258), 3
(208%), 1 (14%) DIHICE D> 720 T x 7Y —HREIC
DWW, MEREL (4Rk) K U6 (4kk) » %otz 72,

WHBKHRRICOWTIE, ML (2K, 3 (k) K&
06 (1) THo7
32 DTFHBITOHER

L.pliiE#EL O 55 Mk OSBT: D f B K Wlag-1:815F O
MG % #5012, MEH3OSBTEDOR R % £K6IZENZE
RS

SBTH#:TIE, M—Mi#DY v 7Y —CTHEZRTTRH—
DST (ST286) %/~ FHhl (£5 45 B #No.2016-26 K%
U'N0.2018-8), 4rHEAFIZ 7 275, WHEAKH kIR (£5
5 MEFRN0.2016-22) & BHHIRMR (85 4 MEMRN0.2017-
1) 28F—®ST (ST1077) ZRT BN/, Tz,
ik 35 2 2 DA KA S i — DST % 78§ kD 5l S
7o S L S 7z (5 4 BEMEN0.2016-41 % UN2018-

F4 THRBFE~THRIVEEICHBSNAL T2 TERA

BWIADIESE | MR | BRIAH | S BEMEE BER UM EE
L p SG1(14), SG2(1), SG3(20), SG4(2), SG5(11), SG6(25), SG7(1), SG8(2), SG9(4), SG10(5),
BEEK 60 82 97  |UT(10)
HmOLIoARSEE2)
&k 2 2 2 L p SG 5(1), UT(1)
soa prse L. p SG1(4), SG6(4), SG10(1), UT(1)
il 8 12 2 oLt SEEQ)
AHIBIK 2 3 4 L p SG1(2), SG3(1), SG6(1)
£2E 7 7 L. p SG1(6), SG3(1)
Hi 72 106 122
SG : M;ERE, UT : MFEBRITEE, () : % 3¥, L p : L pneumophila

x5 L. plliEE1DSTR Wlag-1 85 FDHE

S BERRNo. KX ISTEH A R ST STEHLE lag—1 EE

2016-16 2016.6 BHEK NRIBE 2340 +

2016-22 2016.6 BHEK NRIBIG 1077 2017-1&RELC +

2016-24 2016.7 BHEK NRIBIG 2341 -

2016-26 2016.7 S o— T—I 286  2018-8&RIL - HERIIECOS YT Oo—
2016-30 2016.7 BHEK NRBIEG 129 -

2016-34 2016.7 AHEIBIK AHE 154 -

2016-35 2016.8 BHEK NRIBE 687 +

2016-41 2016.9 BHEK NRBEG 305 2018-36&RIL - Wi IEERLGS
2016-42 2016.8 BHEK DNRBG 2342 -

2016-61 2016.12 BHEK NRIBE 150 -

2016-68 2017.1 BHEK NRIBE 115 +

2017-1 20175 B2E [F373 1077 2016-22&[IC +

2017-3 20175 Sy o— J—IL 976 -

2017-7 2017.6 BFEK NRIBIG 2477 FiiREEFER -

2017-13 2017.8 &= & e 22  FHHREEFER - ERNEER%kELTHIR
2017-14 2017.8 BIEK  IREESNS 260 -

2017-25 2017.10 BREK NRIBIG 1857 -

2018-2 2018.6 £2E £ 300 [ER3BFIE +

2018-8 2018.7 SxHo— J—IL 286  2016-26&EL -

2018-9 2018.7 = BE £ 2655 FREGETFE + B

2018-10 2018.7 £2E B 2655 HiREEFR + [=X:)

2018-26 2018.9 B2E SEASMY 739 EREERBEESK - 615 B

2018-29 2018.10 BFEK NRIBE 1 -

2018-36 2018.11 BREK  REERBES 305  2016-41&REL - [ERIEELGS BNEREEFER

i) 2 EERRNo. 2016-26 % 1f2018-8IZEICHER K, T DMUIXEASTERHFE,
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%6 L. pIiE#3DST

SEERENo. BFAKXIEE A BRIEER] ST STEEER =
2016-51 2016.10 DK ARBIES 2343 2017-27&£RLE

2017-6 2017.6 BEK ARAE 2476 AR

2017-16 2017.8 BIEK  IREEEBE 2495 FREGTFE

2017-24 2017.9 B B 93 R LR 10451 B

2017-27 2017.10 BREK  IREEZEBE 2343 2016-51&EL

2017-32 2017.10 BEK  IREEFRAE 1613 2018-11&[@EL

2017-34 2017.10 BFEK TUTIERE 1610

2018-11 2018.7 DK ANEBE 1613 2017-32¢RELC

T OHBROBEEREIETELS

36 1 ST305, %6 4 BEFKN0.2016-51 % 1F2017-27 : ST2343,
No0.2017-32% 02018-11 : ST1613) o “FHK304E7H 12 %L L
ZWHAARICBT S5 (LT [CFR30ETHER] & v
Vo) D, L IF R TREDWMETIIE N B b o
725, g (TH) CHEEHBBEO BH24 05 [ —0
ST(ST2655) % 7R3 HhAS ol S M7 BIAH D, FBSTT
BHoto (5 5EEMN02018-9K U2018-10), 72, %
60 53 HEHEN0.2017-240 J 5 HHRAR VL B 1L IR C 0 A 55 fE &
N5HSTI3TH Y, 4HIAENIOBEOFHBITH - 72,
W, FREDOLPILE 1D 5 BERN0.2017-7 (ST2477 -
WHE KR & U2017-13 (ST22 : BFHIE) FUTI2H6
DL pMEHE3DOH#EN0.2017-6 (ST2476 : AEKH%) K&
0°2017-16 (ST2495 : #HKHIR) @ X512, HFRUE
WTHDTOSTE RIS 58S iz,

L.p BB Dlag-THAZTI2OWTIE, I HIAKSE Bk bk
18D 9 B4k (22.2 %) Jo O HI SR FR6KE D 9 4%k (66.7
%) HHRA LTz ($5),

4 =

Lo A ZREBEHROTHE (CTH2947 BE3RE, P304
BEARR) @9 LOWRDLpMIERHITH Y, HARHNOL Y
T A FREBE D0 %L LA O LpMiEREIA S NS &
DB Y L —F T M TH 72,

Wk ¥ 5 — BT o 72 PHLTAEE QR Tk, PR
SrEEDWAE KD S LpIMiEREL, 3R USH %L s T
W7z, ARBFZETIE3EM A M U T, MR, 3, 10
2% S 7z MIERE6SHII L 72 B I 2w T
A TH %o SBTETIE A —D Y ¥ 7Y —THEES
MRS, AEZFTTRH—?DST (ST286) %73 FHpl2s
D ONT, Bl E LT, L Y% % Jidviable-but-not-
culturable (VBNC) OIREETRIHMEAEKRT 5 2 &2
ENTWD 220", Mk B 5o b C I — Rk d R4
L7 REEATE 2 D s, FHBH O ORRBEI 2 1 4412
R ZEEEED 5 A%, BEBECRmMIT 52 & I1ER
WCThbo THEEIXRLR DA, WK (5 Wk
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No0.2016-22) & B#HHRM (5 WHN0.2017-1) A5 —
DST (ST1077) Th - 72HB S RS h=25, 2B
PEEARHTDH o 720 FI304H7 H ZERN O 18 142 12 UL F R ok
D BE2Z S —DST (ST2655) Z RIS EE S L
7231 (325 RWikkN0.2018-9% 12018-10) 3dh o726 2D
BEBEORAELINIR L LD, b5 b S#MEr 22
BITHY, 1BIEKHOBOMNNOFERIEEDIT-> T
RS, FHICHELLZLIYFTATRETHo2Z L
DHEH SN2,

SERR295EI H I S M7= B DWEIE D O Lop i #E30
STl & NTze T DMAE TS AL A DO 8- Y
TH Y, S HH106H Th > 7225, BGBIE AR TDH > 72,
Stk FERORDEE 25 08 S N 2EA1E, BiRNIC
BERE T, BERZHOP T HILENH L EE
255,

lag-THEZFITOWTIE, FHEMEE OBEfRH I N T
BV, SHORETIE, BHASEHRKIEZ ORAR)
222 %L, BBHIRME (667 %) \JHE L THd o 7295,
ORI OHE LAMTH > 2o FHRTAEED Y
by —ORAREREY LR, BEHRE S g EE
TR ERICRA LT, lag-TBETZ0A LWk
PEEE N T, PR AR E e &, EIR
PHBEMNEELRLEADR LN E0L, BIZEZLOFH
BHEOWTOMFAPLETH L LiEbh b,

RS0 IZIEANO L I 2 FREDSEH L, A
BTHHIEND, %D BHIRMNkE BEEHkED 5
TSI LD, BRAGRO M, G Bixt ok e OV G
PERBI X D 72D OFTENTE 2 it T 5 FETH 5o

@B
ARG 7272 & F L 722 0 N AR T B AR
BhE, BEKZE DS LTORZE T L2AR I b
IRBRASH AT SRR T 7 A )V A AR O 2 e & Kk
BEEANS, F 72, SBTIEIC X ST RPN %47 > T
W72 72 & F L7 EISLEGAER ZE T O 1l )11 Je A 1 e
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A% W DN AFFAT AT S5 S Ay (P28 ~ 304R-1E)

Report of Investigation with DNA Analysis of Mycobacterium tuberculosis (Fiscal Years 2016 ~ 2018)

AU, RASRE,

HOL, s

P FRRIEN] (R

KAWALI Hisahiro, MORIMOTO Koji, NAKA Atsushi, NAKAJIMA Hiroshi, KARIYA Hideaki
(Bacteriology Section)

£
BELTIE, 8 F AIERPEOIEIR K ORAR - YR O ZE], “RKIEGD TR SRR I 5720,

=
B

LN o 375

SEAEMGRE D O T HE S N ODNAMKT 2 i L TV %0 4, P28 ~ 3042 D3 ML IR L 72 ;R i sk k171
BRIZ DV TVariable number of tandem repeats (VNTR) BNTIEIC K DT 24T 5720 —XA TV AL LT 21T -
72l Th, 7IAY=HBHESNIZA, 20 ) HLIEF TREAWHEEIFER TE-OEMTH o720 S HIT, EFN
W S BEH TORPEDEEDNIAFBNOWTIRN 21T 572 & 25, 25 TREHRKOBETRIZRZR 5L,
MEVEDSE 2 Sz, F72, PUE L RRROBERMO TIE, LRI I214k & 2RDT71.3 % % 5, ZOdTHEM A

HEBRE TR T HES MBI AVR S M7z,

[F—7—F ¥, VNTRENT, s, Juniil]

[Key words : Mycobacterium tuberculosis, VNTR analysis, epidemiological investigation, Beijing type]

1 (FUBHIC

JEA 7 By [P IR294FE 5 8% 88 6k 4 1 i i A% 4
% 5 R 8o w T ] (http//www.mhlw.go.jp/stf/
seisakunitsuite/bunya/0000175095.html) 2 & % &, *F
JR294F (2017) 4 O 8 fkAi A% B 81316, 789 A T
HY, hEE (AOL0HAR) 1X133TH o720 44
PRSP R SN TWAE S OO, ) EBEEEIE L LT
e, EBET YV TREE L D MRV KEEICDH B DY, WokiE
LD ERTEEL, PEAEEIMES TSN 5,
F7z, WL TIEHSER B RIE212A T, ) R
111 & AEOFE & 0 13 AR S RS hTwn b 728,
RIEFEBZETLIRNTH %,

SO XD e, BETIE, OG- AR O
FEWIR KB PR SRR RIS E T 5 2 & & HIIZH
W DN AT AR H R L EH] (LU TEH] Ev)o)
D, ZhxHICHITE, Variable number of tandem
repeats (LLF [VNTR] & \w9,) @HrEEZEH W20+
WA 2T o THBY, KRKIZOVWTT = X=2%
PERE LIS B O S A LT b BB RO
TIEFERT AT 2 L, EFRECRYEDS DN
BB R O BIZF RN —F L 2861132 o B
OFEICE S, F72, =R F VAL LTI L7
B SRR CHEEA TR L 258121, ARk

FOERMIZE > T, BWBEFNIIEZON L o7z &
) e 7z 7 RYSERBE O FE L O e L WIfECE 5 S,
FR28 ~ 304F FE D SAFE I UNAR L 72 3 Bk R 1718k % H
W, =R G VAL LTINS DHKNTD Y 5 A5 —
IRNT %2 AT > 720 PEET, TSRO OHKD ) BEFTEHRAH
b BE M TR EED NIZARFN O WTIRIT 24T - 72D
THET 5o

F 7, R IR SN D EE RS A A IS
IO RAR L2 HATIE, JLi{® (Beijing genotype
strain) 257 ~ 8# & s L EbhTWw5, JLEHIE,
EAARIE I 50 <, SEAN P & BERATK & W & & 3
SRTBY?Y, FEEEEETH L, BHNTHEESN:
AW O R ZIRT 5720, PELHkICOW T
TR G OSFEAL RN L, & HIZAE R DWW Tidf
FB, HEAOGEEITC, RO EZERL 720 T
WwET 5.

2 MERUTGE
2.1 AT R

WL P 0 B B DL B AR B LS 35 > T HE S L7 R
WO b, EHICEDSNZUTOEAO VTR I
LU, AP R ALY & T L 2 WARLTIM O
28 ~ B04EHENUSE M - RN & IR B D L7419
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BRI OB S BI1620k) % VNTRIEHT O & L7z,

(1) 60T D®IEFIEEH  (ERGE DT B Jo Ok G
FED BFINIH T 5 EHICET 2 1958 )
DB

(2) FhaftbiEaess (ERIENRS) TRAELEE (R
M, WE) oWk

(3) He&3¥E, AEhm, PRMEmE, fREL, #HE, Ehit
LM & OBfMA D 2 B O WK

4) Zofl, FHEOHML LAV LELRDLND
BE ORIk

2.2 H#kD 5 ODNAME

DNAfIIZ, #BHVNTR N> R 7y 7 GUbFh#s
B EAE S A ~ =2 T MER T —F ¥ 7 7 Vv — T
I O [ RS OIMBAIERE 1k O e ] 12k
L TIro 72

2.3 VNTRF&#T

VNTRFHT &, EIWNEE#RERELE LTRBEATVS
JATA (12) -VNTRM# #1 #7, & & 12, JATA (12)
VNTROBIBIEES 2 49 7212, JATA (12) -VNTRIZ3
FHIR A M Z 72JATA (15) -VNTR#NT: & 30 DL HIPEIC
WAZHE R AT 544 (hypervariable, HV) #H
BOVNTRIEH % I 2 72 §H8H#HIL T1T - 72" ¥, PCR
EROT A u— A7 VERKB) TR S Nz BEIEEY O
Y4 ZEWD S KD ) ¥ — MR PE L, 185
¥ — MIOMAEDEEBIZTR (LLF [VNTRH |
Evi9o) & Lo VNTRIBH R UT — & NX— ZEHIZIE,
f# #1 ~ 7 b BioNumerics ver 7.6 (APPLIED MATHS)
V2o 1A OVNTRESE THEDO B 728 N &8
WUZ-Bikk (BLF THEESY R Evwdo) 1d, 2he
oY ¥— MEOVNTRE 2B L7z T4bb, 12
DT T2ARADWME N Y 2B L2581, IHRoH
WT2/8% — OVNTRM 2 ) U Tz $72, 7 TR Y —
AT, 188 TY ¥ — M EAvseaic—5, ik hic

T LRBECEP L 2k z i —2 728 — & L7
24 RIEDEEREN

FWAROJL R (R, FHER) K ORI o R
oHZ, Setod® DRLAFEMSMERINMEEH (LT [MAP
HwE] L)) ZHVVNTRE A 5% L 72o MAP
e B CHEERE R MK 22 D HE DSBS 20 o 728k, &
BN Y FHRTENENO ) E— METHEHDY BT/
VNTREIZ D TMAPHEE I THAT L 72# 8%, HED
B EHZEENRICOWTIE, EEMEIIEHEEDK
Bl % Warren & 12 & % 57, HIJGHL & 3 BRI 0 [X 5513,
Mokrousov 512 & 2 7Y (2#E U T LIERR 217 - 720

3 B B
3.1 ML B

WL L 7= Wik BRI R ) - 93 200 midk & #2112
RY o BN 2 AT o 721710 D BB E DR A 1321 ~ 995%,
PIGAERTIZ68E T d o 720 AR TH 2 L8 —HS
<52N (304 %), W TT0A%33AN (193 %) T, 7044
PAEA60.2 % % 5O m s A% 2o 720 BRI TIEH M
9N (579 %), LHT2ZN (421 %) TH -7z
32 VUNTRE#H#HER Y- XA452RELTODI SR
4 — &

I7TIRRIZD VT 7 T A Y —fiffit & 0l L 724528, 100k
SHLD 7 T Ay — A~EIZHEhl: (77 A5 =K
#59 %) (£2), 79 A%—A, B, DiZZhZENI8H
W) ¥ — MDA LWk RS o0 S
7zo 79 A% — ClZ, Nol839A V412012 1) % HiEL
NV FRTH o7, EDHHLD1IDD/N K (YE—
¥) Nol819% —3 L 722 & L VNTREAEAM T 5 3
DEEZ, WM—2 A=t 1Ll /2, 25A%—E
&, BEYhEE b N HEAOKA S S N2, SIS
#Q11aT1500 bpk Y K& W FREMOMEIZN > F
MBRONY E— MOHEDSARETH - 720 WROBEIGE

R1 FiPERA - BRBIEKRY

SRR % il it

73 % 3 % 13 %
201t 1 1.1 % 7 9.7 % 18 10.5 %
304% 6 6.1 % 5 5.1 % 11 6.4 %
401% 5 5.1 % 5 5.1 % 10 5.8 %
504 9 9.1 % 0 0.0 % 9 5.3 %
601% 10 10.1 % 10 10.1 % 20 11.7 %
704% 23 232 % 10 10.1 % 33 19.3 %
801t 29 29.3 % 23 232 % 52 30.4 %
904% 6 6.1 % 12 12.1 % 18 10.5 %
Hj 99 72 171
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FEMELNTELIKB L2 25, BRR CAEIC S
FAMBLL 72720, TN H2HROVNTRENIARD THM L
TWw2b0LEZ, M—rIA5—& L7

INLDI7FAY—DHL, 75 A% —B, D, EiF,
BT O SR CHEA B SR TE DS, 79 A8 —
ACEAHITH -7z,
3.3 EHIOHREHER

FEFIE A & IRYeABE b N 724 B 12D W TVNTRIARHT
AT 720, TOMPIEINIRTEBY ThH o7z F
2T FERS A G T D o 72 7] — WG A E AT L
72HPITH 57225, WMROVNTREAS—FH L7z 255
W TORGATRIE SNz, T72, FHI4IS T O
B RSN RE DI LI FBITH - 72h%, b Lize
B MEE ERARIIER L Z2VNTREICH 722 &0 5
MY 2 SN, WER TORIEOWREMEAR Sz,
—7, BN, FHEECTHE TH - 72 BH M TORYDEE

bihs, BEHEMKOVNTREZ K L2 2 AFR—
HTHY, F7, FH3L, WMGITBVT2ANDIEGD
BbNIHHITH > 7205, TNENOKM TVNTRE A
A=FEVIHRTH 572,
3.4 RIEDFEMHT

SRR ORGSR, 1706, dbihix122kk (713
%), FEALH{AIZ49%k (287 %) TH Y, demHloHNFUZ
HAEBIH9THE (795 %), HELEIA258 (205 %) THo
7o (F1)o F7z, MET & FrET o & % FE R
H5E, 30M%, 40RTENENST] %, 500 % & HrEl
OEE VORI ARE D - 72 (M2),

4 F £
Grlul, P28 ~ 304F BEACILHE L 221718k 12 D v T

VNTREEWC & 22 T A =i KL 72 25, 10tk
WEHD 7 7 Ay =15 B SN TRNHD7 T8~k

g2 7RI —MRITIER

VNTREL
DIR5—| EHNo. | FfE 8 | RAIRIE A | B (HETH) HPHERE S22 JATAIZ JATAIS HY
Jo1 Jo2 Jo3 Jo4 Jos Jog Jo7 Jog Jo9 J1o Jit Ji2 Q18 Qlla EA V3232 V3820 V4120
1766 90ft E] 201728
A =B T8 FimB 1 4 9 3 9 1 2 4 4 7 7 2 10 11 4 1 8 4
1849 50t 5 201837
B 1788 90ft x 201748 _ .
(&Hi2) R—Er F—0#AE FFiRR 2 5 1 1 2 3 1 2 3 15 8 4 7 7 3 5 6 4
1804 | soft % 201815
1819 601t x 201778
c F—hRr T8 FERBARKE 4 3 3 3 6 3 7 4 5 7 8 3 10 8 4 15 13 6
1839-2 | 70¢ L] 201778
1824 601t 2 201828
D R—hEr A ERBAKE 4 1 3 2 6 2 6 4 5 7 7 5 10 9 4 15 14 9
1846 50ft L] 201874
E 1866 206t k) 201898 .
(EHI4) R IS HHETH R—08S ERBARKE 4 3 3 5 6 3 6 4 5 7 7 3 10 >19 4 19 14 8
1871 201% ES 2018128
* T>19) 11500 bpk U RE LB
R3 BEIEOLNI-EH
VNTRE!
HHINo | EtkNo. | FAE 31 EPREF JATA12 JATAT5 HY
Jo1 J02 J03 J04 J05 J06 0 J08 J09 J10 Ji1 J12 Qis Qila EA V3232 | V3820 | V4120
1731 80ft % 4 1 3 2 6 4 7 4 5 7 8 5 8 9 4 16 14 15
1 AETRZE
1734 | 8oft % 4 3 3 3 6 3 7 4 5 7 8 3 10 8 4 15 14 5
1788 | 90ft % - OEF R 2 5 1 1 2 3 1 2 3 15 8 4 7 7 3 5 6 4
2 B3
1804 80ft ES 180413178800 EMERIBHRE 2 5 1 1 2 3 1 2 3 15 8 4 7 7 3 5 6 4
1815 | 20f¢ % 4 3 3 3 4 2 7 4 5 7 8 5 10 9 >17 22 18 9
3 1744 | 90f¢ L] 1815481744 R U 805 £ 15 Tkl 4 1 3 2 7 4 7 4 5 7 8 5 6 9 4 17 6 il
1805 | 8oft % 4 3 3 3 3 3 7 4 5 7 9 4 14 8 4 13 15 7
1866 20% B F— DS 4 3 3 5 6 3 6 4 5 7 7 3 10 > 19 4 19 14 8
4 23
1871 | 20 % 187115186600 EMERBHRE 4 3 3 5 6 3 6 4 5 7 7 3 10 >19 4 19 14 8
* 1> 17)RUT> 19]:1500 bpk ) KEL\EIZE
100%
0%+ +— +—4 — +——+ — -+ -
80% 11 ﬂ42 9 % T
. (]
{50.0 %|
70% = = = 1 4
66.7 %] |
HER 60% 71.4%
T I e | ﬂ83 3% 9 — J
;Fitgﬂ o7k 84.6 A’!gg_5 %[92.3 %l OA%R
50% 1 — R
79.5 % —— — 4
a9tk 40% 1 -
o,
28.7% 30% 57.1% —{Jd— - 4
50.0 %
20% T333% 1 (10.5%[{7.79%
wRE o 28.6%
° 16.7 % 9 W
258 20.5 % 15.4 %
0%
20/ 30fk 40 s50fk 60/ 70X 80k 90fK

X1

B e g

H2 JREBICHTHELR - FEBOFRHERINES
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ENENRT O EINIZNE VT FTAI—=THD, I
FELZZWHHRNTIIRE ZEMBAERLENTHRITLTWY S
MROBIME RSN oTze 7T AT —% A ICH
bk, 75 A% —B, D, EXEFGERH S [E— 0@
ORI HE S 2 OEEES L SN —H, 7T A8 —
ADBHFEIL, L bIFEE#H GHEH) 2FLETH o 7295
BRI A 4E L C BT W22 & b b D, SR

SIZRBMOMEEIAHTH o7, 72, 7T A —
CoBEIZ, &bt GHETA) A3F U TR
B D 7o 727200, AT S DDA D - 72 etk 2%
ZONTDS, EFEERMTIIEEEEIAHTH 72 75
A % — CONo.183913 FHIH V412012 B 1) B BN~ FIET
HY, BEENYFD) B12HNo1819& ) ¥— + Fhs—
HL TV ETH—27 A7 =S N, BEN
YREBSERE LT, BT B0 X
72VNTR B OHEB LS -2k THELL DEEZS
N7zo MR ZERUEGE &) BBk RN 2 LD &
WH, 77 AF—A, C&HIZH5MDIELATEHRTILMHH
TELpo BN BT LW REDZEZ 5N 5,

FBUHENT TI1E, FBI2 K CHIVNTRIGHT 7 & B A
Roh, TRk, B Tommic X 2 &
ThdrLEZONL, —F, FH1, 3L, &HITHEEO
VNTREIZSE 2 ), VNTREN 2> & B IEE 2 SNz
Molze TOX ) ITEATAE TREYDEED N 72 HBIRET
TVNTRIENT 2G5 2 212X 0, HEE SNzt
HORMERN BN TV TE DL Z EARENT,

75 Ay —RNTRERAE, EER & PR TR IR
EGLR - BRGRROR R O—B L a ), S51TF
EHRP R TATHROBANSE IS AN R B720, 5Hd
RO\ TR 2 LR L CHAT 247\, 51 & e S AT B~
Bt 24T S PEELEZ BN,

SRR FRMT OFE R TIX, 713 % DB HRAHL AN 5
FEN7ze LRMATI8 % & ¥ 5 &EN 2 AR A
HBD, BETHEBROBRE o720 EBOH B3
PANIAHER L ) b BIMRIE DAL RERH LR T VWEF
bRTBNY Y, SSIIZENMESEICEE T 2 B ERM
ThbERBEINTVD, Lo SHRILOREE L
T, METEHFEBATEH EEZ 5O TWLDICH LT,
HARTIZHEMASEHRE 2 Ko Twb— T, HER
J& DAERERE 0 S B S N EEDEN S LA

FIFo5Nn5Y, SEO&RET 304K M0/ T o P
DEEHE L, MOFAR, FRIZ50RLLE & RS L E s

MW Epb, BIETHAEEE O BB OH G A
WRIT AR STz HAEBEOMBEHE L, TOFHHO
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01EICEAINZT Y YAV AAT 7 F VOBRNIZBITF2HITNOWELZWRIA T 2720, ThITHWTER
Multiplex-PCR#ECTH: U 5 GEIZF RO E %, VPTHEIZT ORI L - T2014EF THM- TIEIEL, 20094 % 5 20174
FTORNOT Y 7 AV AADTATRINOWT, 4961 E R E U TN L7z, TO/RR, GLELFHE S N/=G3%
200k, G3& gHIE S NG IMAERE S N7z TN S DMROVPTEETIE, EERB L, e busy oA VA LYk
e OBETHEARE SNAKREBOHANZ R L. 72, WIFhb 72 F VEARICENICEA L EHE SN,
L Lads, 775 8ALE, NEOGEETFHOMENZRATVHERSINL TV AW E, BhHEERICBIT205
TANVAADOKIMHESMELT L T0E I L, a¥ A )V AATRITINC BT 2 &Gt BB 0w 1 d 72 ) B EASA eI
HHZEEEWMETLE, HEOLZA, T2 FV3BIENIEEL TV b0 LRI,

[(F¥—T7—F:usv 4 V2A, Bk SEGPCR, SEZFHESHE 7275 V]

[Key words : Rotavirus A, Gastroenteritis, Reverse-transcription PCR, Reassortant, Vaccine]
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VARHIB L, 115 HO2RMRNAY ) 22 KT 5", &
D)L IANVZADOPHANIEL Wb LR IzAHZ I —F
T57 7 ZE2ntid Y, HEISHIIC T — F S hhEh
72AH (VP7) ORI IS X GEIZTRIAS, 445
filca— FENAEAIAL 772 A0 (VP4) OHEIEE
FNCHED EPHEIE T A EEN T 5, BUEE TS, G
IR TRIXGL ~ G2775, Pt fs T RUP[1] ~ P[35]s 2
FRERENTBY?Y, ESHCMBEOMAGDEIIL ST
L ODBIZTRINHEAAL D 525, & SRS N2 H
SV D 13GIP[8], G2P[4], G3P[8], G4P[8]}% U*GIP[8]
Thr Y,
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H#EzH e LT, AU s F roEEAN I HE
HHNTERY, Fabok LTid & FRVAK (GIP[S))
Hk D WAl 7 2 F »CTdH HRotarix® (F527 YV - A3 X
754 48R J O YRVAIZE FRVADGL ~ G40
VPTi# a1 & PRIDVPAE (LT & MLAAA 7258 (Tl 2.
MRICHISk 3 25017 7 7 >~ Tdh HRotaTeq® (X 7 4L#L)
SN TEY, THAENIBWTITRTE A 20114E7H 12,
BB D20124F1 H I 2 M2 BB KGE S TBEASRIG S
725
INFTHRAIE, BHNICBT ARVAAT IR B O &
Yok W R E RIS L, 72 F VEARRO
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[HIBIPCRE: ] L9 o) ICX D PE LT &R, 20174,
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RBPCRIEDIHEDHHZHET 5 & & b1, BEHY
W &8y — X ¥ (2009/2010 ~ 2016/2017) (2B 5
RVADIFIE 2R RATIRIICOWT, PR 2479 & & b,
T F v ORRIT O TR & 1T 720

2 FHik
21 %K

RVA®D FAT IR DIFEMNT 12w T, 20094E9 1 2 5

201748 H F T8y — A v (IRAF9H ~B4E8H 212 — X
YE9%) 12, RNOEHREHE CRINS - H R 8E
D 5SAMELIBIIAZ R E L (D 2095, 2016
HESH F TICHI E N RVADRITRE ROV TIE, B
WY 2505 &AL, 2009/20103 — X ¥ D91
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BEFHURE) X YRVAD R 27 ) —= v %47, B
WehomiKIZoWT, ilF >y b (QlAamp Viral
RNA mini kit, 77 Y#:8) IZX D RNAZHIE L7z,
2.3 BIFIPCREICL 2GEGFRORE

A7) ==V I THE & o 2 BR A S HiH L 7Z2RNA
Z vy, Gouvead ®BAFE L7 HEY 126V, VPTHEET
AR E L-TURIPCREEZ EMM L, 155 N7z Bl EY O
KESDOHGEIA T A JE L7z,

®1 ¥ —ZALRREBRURVARGFIRHIKR

=R BRIAZ RVARR H #1 SE Xk
2009/2010 448 (9™ 94 6)
2010/2011 524 (86) 145 7)
2011/2012 709 (299) 126 7)
2012/2013 745 (115) 139 8)
2013/2014 719 (21) 106 9)
2014/2015 497 (25) 32 10)
2015/2016 662 62 1)
2016/2017 657 (657) 65

&t 4,961 737
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etk BB RBERIT O W T, I 1L R &G hE 36 A By 1) i A
D E g SRR B A S I S NG EE B
BEEDHH, HEEEHPSEIGHIZOVTY—A T LI
HETL, ANRBERETERLTHEE L2,
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31 GEEFROELE

VPTEAR T OIRAERT DN I X 5 GRIR TR OB IR
R A& F2UIRT BBPIPCRIETGLLEHE S NIMDH B
2012/2013% — X ¥ D2k, 2013/2014%> — X ¥ D3RR K O
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720
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ERRICHT 5 E0 Y — MR L > THM S &8
I M O G3HE RN DFE G I 2 Z N ENHI-AIL, F 72,
NS OREEFIIC BT 2GR B K OG3HEktko Hi
FEBCH @ He g B % 1B R0 G3ERMRIZH 3 5G3
BRI T 5 4 < —ORAHBICB VT, GIRERMIZLIE
5, GIRHEMIZMBERE ST I 4 v —BH & e > Tw
72 (1B pHEIR). %72, AETY—HKIC L > THEN
SNF2GFRH RIS 3 5 GFRY 7 T A4 ~ — & 5%
IZBWTIE, Gk, G3iHE ke bICRDHHN 510
WO ARSI % BT, G3RERMRIZ4E S, G3RaH 2
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G3J UG8IF LI T 5 4 ~ — DCSFH BRI 5 & T

%2 VP7EGFOENICLIGEEFEDEE

S—Z

(&) 2011/2012 2012/2013 2013/2014 2014/2015 2015/2016 2016/2017

G1—G3 40—0 129—4

63—3 3—0 1—0

25—22

G3—G8 82—0 1—0

2—0 3—0 0—0 10—1
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HERIE2EREAT T 4 v —FH & > T/ (K2-B

A BRTSAT—FEEHESE

B FEIR)
3.3 GEEGFEOFERRITRR

VP7# AR F DIRIEB S O fFEHT I & o TIEIE L 72ZRVA
DGHEAR TR O 4 JI AT IR & K32 R§7. 2009/2010%
52016/2017F TDH8Y — X V2 BT 5 BT I h
ZNG3, G3, G3, Gl, Gl, G9, G2J U’G3T, % ®
WMEAIEY =AY TEICR R > Tz, GIRRHIERIL,
2012/2013% — X 2 120 & TAKR DS TERE S A, 2014/2015
B 02015/2016 % — X v 3R SN o2 db OO,

-

RVAS / L (95 Hf)
Gkt 5 e I ] 3’
ek S i RV 5
G3PES 4 | i | I ] 3’
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213 “RVe
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HESTMV—
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* | GIRHIEKE CIRENS R B B
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G824 5 -CTTTTGAAGAAGTTGGGACAGHS’
aET3 5 -CGTTTGAAGAAGTTGCAACAGHS’

X2 G8HRHIEMRURERKICKHT 5771 ¥ —EERIZDIBEET| D LLE
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Epidemiological Surveillance of Vaccine-Preventable Diseases in Okayama Prefecture (2017-2018)

— Surveillance of Poliovirus in influent sewage water —
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Study on a Method for Simultaneous Determination of Veterinary Drugs in Cow muscle by LC-MS/MS
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NAMBA Junko, TSUTSUI Michiyo, IKEDA Kazumi, KANEKO Hidefumi, HAYASHI Takayoshi
(Food and Drug Chemical Research Section)
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[Key words : Veterinary drugs, Antibiotics, Cow muscle, Simultaneous determination, LC-MS/MS]
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EFRRICREL L 72,
AR (V7 7 FIE B RS g
EBDIHRL 7
< MY v 7 AR AR REEERRE T 06
WaEHWTIER L7277 > 7 BRIG I IR AR IR &
BRI L, 8L 72, (0.002, 0.005, 0.01, 0.02, 0.05,
0.1, 02, 0.3 ug/mL)
A 24 0 7L~ M8 Captiva EMR-Lipid, 1 mL
TOMORIES W OLBY,
23 KERUVBESRHG
231 LC-MS/MS
PR o BY.,
232 FNERE/AXMIST7 (AT [GPCl &WVd.)
HT 5SRO A E T # GLNpak PAE-2000 AC
200 mm X 300 mm, 5 um
(FV #4724 PAE-G AC 200 mm X
100 mm, 9 pum)
4@ BEFIEE T8 GLNpak EV-2000 AC 20.0
mm X 300 mm, 16 pm
(7L %524 :EV-G AC 80 mm x 50
mm, 16 um)
BEMH : O 7 by ruanFdr (95:5)
@ 7R by ruaFty (2:8)

D o

EbHo4g
|
10 mmol/L Na,EDTA &FH
0.1 mol/L N AHEEEFEEE fhH

LY

Oasis HLB 1 g H5 24

TR A
|
HIEAHR 2 mL
|

LC-MS/MS HI7E

X1

FEILEREFRE > 2 —FR

# 7 KB 140 C

BEHEE © 4 mL/min

AEHEAR 1 2 mL
24 PBHARSE

Fbaro05H 70 —" RO OHKEOGH 70— %
BUZRT o - Of A TRIENI 55 O FTMW A% 720,
B AOOGH 7 0 — BRI B L, BRI
B Ol A A H L7z FOMmPWER2 g %50 mL
AU 7L yEEREICE Y)Y, 10 mmol/L =F L
YIT I VMRS MY v A (BUT [Na,EDTA] &w
J0) EA 01 mol/L bV AR 15 mLE A TH
EVFA XL, 105HEIRE S L, 6900 x gT20%55 4,
ST EE L7z BREAESIL, B %10 mmol/L
Na,EDTAEA 01 mol/L btV AKEEEREZE 5 mL CHl
WL, OB, REE2Sbefilo— b Cclyl»H
L7z

HLB1ghoa%A% 77— 10 mL, ¥#sK 10 mL,
10 mmol/L Na,EDTAEH 0.1 mol/L Y AR5
100 mLTIEFICa YT vyazvyr Lz, BonizLE
A HLB 1 g 7 AIZAM L, K 10 mLTHEL,
OBAKE, 7P UL 20 mLOBEH SR, Bl
WamEa—MIBL, 7 b=t VNS 20
mLEMATIREIL, TN VEZGILT. T
M= MYEE]L mLL TS % F CRUE M L 727412
T b= M)V EHL mLINZ T, 05 mLFEEE F TN

O 2 g
|
10 mmol/L Na,EDTA &H
0.1 mol/L N AYEFREFREE fhiH

LY
I
51 %3l
I

Oasis HLB 1 g Ho 24
I
TEh=RIL/ TP
I
T I A
I
HIEFRIE 4 mL
I

LC-MS/MS HIE

70—



L, M%7+ b=V VT4 mLIZERHE, 020 um
ATV YT AN —=THHLIZHOELC-MS/MSHllE
FHTEIR & L7zo
25 RUMEFHEDS X

A RIA VIORENT:, GBI H 2075 H M5
Mis 2B A ERGTIIC RO &, RIMEEL ug/ghk
U001 pg/gD2i e THEHIH 2 R BIUERER % 17\,
SERBLAL, R, BLEE R OVKEEE & 5Tl L 720

3 BRRUEE
3.1 TEERFERVIRER
LCMS/MS%E w7 o e LT, #fho<
Y7 RIZED, BREGDOA A GBS H S C
LHHE SN TBYY, BB Z0BELHIE
FT57DI12, MYy 7 ARMEAEERZ v TER
THZ e L FomREH2 gZirilE L4 mLOLC-
MS/MSHIEE W & § % DT, MO0l pg/gldLC-
MS/MSHI 7€ 7 W # B T 130005 ng/mLE %25 2 & h b,
TR & #130.002, 0005 001, 002, 005 0. pg/mLD6
MEREL, KW TS/NILZRD 2, 0002 ug/mL TS/
NIt = 10%§72 LWy EIE, REREERERLTI,
TEIHA7) L ROEAWE KXV T NI ) v
(Oxytetracycline), 7 b %4 7 1) » (Tetracycline),
7 ua )7 bJH% 4 271 (Chlortetracycline), K ¥
v A4 7 1) ~ (Doxycycline)), R=3 1 ¥ % D6W
B (7 ARF Y ¥ v (Aspoxicillin), 7 EF ¥ ¥
) ¥ (Amoxicillin), 7 ¥ ¥ ¥ 1 ¥ (Ampicillin), =
¥4 Y ¥ (Oxacillin), 7=/ F I XAFNR=Y
> (Phenoxymethylpenicillin),
(Benzylpenicillin)) k'~ 27 054 FRO2WYE (€
¥ ¥ 727 F v (Moxidectin), 4+ A ¥ I <A1 ¥ /]
(Neospiramycin 1)) OI2WETH o720 T FTFTH A 2
) YRBRUPNR=Z VY Y RITERBIEOH W E AL
DT, mBAHEFGEE SRR TAZEEL, 41
OB GWED» S I LIz 202 L, LT
Meahid, REEEERLI1IELT TFIHA4 20 V%
KOR=Y) YR PHADF ) 1 v,
Ko XU ITAFR, KV I =T VROITWEE W
T o 720 RAEHRERBE2TIX, ANVT 4V FH =
(Sulfisoxazole), AWV 7 7 F 7 YV — ) (Sulfathiazole),
ANVT 7 AT Y (Sulfamerazine), ANV7 7=+ ¥
(Sulfanitran), F WV X M 7Y & (Ormetoprim), A7 7
ryau vy ¥y (Sulfachlorpyridazine), hL »FXnu
> (Trenbolone), ¥ 9 Y~ (Xylazine), 7L A1 ~

Ry ppXR=vy v

Vyyavw4 iy

(Allethrin) D9 A%0.002 ng/mL TS/NI = 10% i 7=
LTBLIAREGHE 572 0002 ug/mL TS/NI = 10
7z LT W I120.005 ug/mL TS/NI = 10%
M7z L C\wiz, Z07-0eE#130.005, 0.01, 0.02, 0.05, 0.1
ug/mLESKGHE L, RINIREE0L ng/g@an D EER D
AEITHT L E LT,

F 72, Mmoo AR EAT0.994 G O BLHE 5 XA B A%
E L7 RAEEM-ITIIETORERT, RAEER
2ciE2wE (7an 7z =a—) (Florfenicol), F+4 #
V3V ¥ (Nicarbazin)) % B < BEHE 5 C REF 2 M E (¢
= 099) 2S5z,

3.2 RREOKRE

FOMmAEE, EBADIHRTY Y7 ERRER Y

DOR¥EW % % GLDT, ZHADOHHEICHREH

K1 TEIZ ML AFTY SRR

BHAERR B4R (%)
Enrofloxacin 79
Ciprofloxacin 86
Oxolinic acid 100
Ofloxacin 77
Orbifloxacin 95
Sarafloxacin 87
Difloxacin 100
Danofloxacin 120
Nalidixic acid 98
Norfloxacin 92
Flumequine 100
Piromidic acid 87
Marbofloxacin 97
Lincomycin 58
Clindamycin 100
Miloxacin 23
Pirlimycin 100
Erythromycin A 85
Erythromycin B 98
Oleandomycin 80
Josamycin 79
Spiramycin 1 81
Tylosin 78
Tiamulin 84
Tilmicosin 74
Mirosamicin 85
Clarithromycin 85
Azithromycin 97
Roxithromycin 91
Leucomycin A5 1
Tacrolimus NH3 110
Dirithromycin 39
Moxidectin 40
Avermectin Bla NH; 100
Eprinomectin 103
Neospiramycin [ 75
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F2 GPCOREFDAEHE(%)

e @ @
HIL PAE2000 EV2000

B (min) 10-14 | 14-18 | 18-22 | 22-26 | 26-30 | && | 10-14 | 14-18 | 18-22 | 22-26 | 26-30 | 30-34 | &&t
Enrofloxacin 0 0 8.9 11 0 20 0 0 0 0 0 0 0
Ciprofloxacin 0 0 0 0 0 0 0 0 0 0 0 0 0
Oxolinic acid 0 0 20 52 4.1 76 45 3.5 0 0 0 0 8.0
Ofloxacin 0 0 0 6.4 0 6.4 0 0 0 0 0 0 0
Orbifloxacin 0 0 38 28 33 35 0 0 0 0 0 0 0
Sarafloxacin 0 0 0 0 0 0 0 0 0 0 0 0 0
Difloxacin 0 0 16 21 28 40 0 0 0 0 0 0 0
Danofloxacin 0 0 0 0 0 0 0 0 0 0 0 0 0
Nalidixic acid 0 0 50 10 0 60 0 0 0 53 22 26 10
Norfloxacin 0 0 0 0 0 0 0 0 0 0 0 0 0
Flumequine 0 0 94 12 26 110 0 0 0 6.5 3.0 24 12
Piromidic acid 0 0 52 31 35 87 0 0 0 35 0 0 35
Marbofloxacin 0 0 0 13 7.8 21 0 0 0 0 0 0 0
Lincomycin 0 0 0 0 19 19 6.0 48 21 0 0 0 13
Clindamycin 0 0 8.0 76 6.9 91 9.0 27 34 0 0 0 70
Miloxacin 0 0 0 33 8.0 41 0 0 0 0 0 0 0
Pirlimycin 0 0 0 0 0 0 0 0 0 0 0 0 0
Erythromycin A 0 0 59 37 3.9 100 11 14 21 4.7 6.8 5.4 63
Erythromycin B 0 0 33 15 0 48 14 17 14 | 46 34 29 57
Oleandomycin 0 0 39 0 0 39 13 13 13 3.8 3.9 26 49
Josamycin 0 87 0 0 0 87 58 27 29 0 0 0 88
Spiramycin [ 0 0 0 0 0 0 44 0 0 0 0 0 44
Tylosin 0 80 12 | 00 0 92 62 24 24 0 0 0 88
Tiamulin 0 68 31 3.1 0 100 0 0 38 14 13 42 70
Tilmicosin 0 0 0 0 0 0 0 0 0 0 0 0 0
Mirosamicin 0 0 71 5.7 0 77 27 30 15 0 0 0 72
Clarithromycin 0 0 120 | 49 0 120 | 8.1 19 36 10 11 5.1 89
Azithromycin 0 0 0 0 0 0 0 0 0 0 0 0 0
Roxithromycin 0 6.0 86 29 0 95 15 23 21 7.2 40 0 70
Leucomycin A5 0 81 3 0 0 84 59 30 1.7 0 0 0 90
Tacrolimus NH,4 0 100 0 0 0 100 63 36 2.6 0 0 0 100
Dirithromycin 0 0 44 6.3 0 51 10 | 8.1 9.1 0 0 0 27
Moxidectin 0 110 0 0 0 110 32 59 6.4 0 0 0 98
Avermectin B1a NH,4 0 110 0 0 0 110 77 38 45 0 0 0 120
Eprinomectin 0 93 0 0 0 93 67 29 4.0 0 0 0 100
Neospiramycin | 0 0 0 0 0 0 0 0 0 0 0 0 0

FEILEREFRE > 2 —FR




R3 BB T LD D5 DEHIE%)

&4 @ @

BHR aEm|  smE | o |[REE] BmE |
BYREER imL | 0-tmL [1-2mL| 7" [ 1mL [o-imL [1-2mL| 77
Enrofloxacin 94 24 10 44 1.7 14 7.6 29
Ciprofloxacin 0 0 0 0 0 5.0 7.6 13
Oxolinic acid 77 18 29 98 89 20 0 110
Ofloxacin 34 12 14 29 34 42 35 81
Orbifloxacin 8.4 33 16 57 7.6 36 11 55
Sarafloxacin 2.7 13 12 27 43 48 36 89
Difloxacin 40 33 5.6 79 26 20 48 51
Danofloxacin 0 0 0 0 0 0 0 0
Nalidixic acid 73 26 3.9 100 79 23 47 110
Norfloxacin 0 0 0 0 0 9.1 16 25
Flumequine 94 18 3.1 110 76 26 3.1 110
Piromidic acid 77 20 53 100 64 29 5.7 98
Marbofloxacin 3.0 8.4 8.2 19 22 38 21 62
Lincomycin 35 39 0 74 37 0 0 37
Clindamycin 93 22 0 120 35 11 0 46
Miloxacin 82 21 3.4 110 74 26 3.8 100
Pirlimycin 10 40 14 64 48 37 28 70
Erythromycin A 40 15 13 32 3.2 8.4 48 16
Erythromycin B 3.0 13 25 40 7.0 11 43 22
Oleandomycin 13 39 35 87 11 21 12 44
Josamycin 83 37 0 120 45 30 3.8 79
Spiramycin | 0 0 0 0 0 0 0 0
Tylosin 52 43 0 95 62 57 0 120
Tiamulin 3.3 15 22 40 49 79 5.0 18
Tilmicosin 0 0 0 0 0 0 0 0
Mirosamicin 15 40 10 65 57 11 59 23
Clarithromycin 2.6 10 18 31 53 5.0 0 10
Azithromycin 0 0 0 0 0 0 0 0
Roxithromycin 54 14 15 34 47 3.3 0 8.0
Leucomycin A5 93 36 0 130 57 38 0 95
Tacrolimus NH; 104 15 0 120 90 20 0 110
Dirithromycin 2.6 3.0 3.9 10 3.7 2.1 0 5.8
Moxidectin 98 20 0 120 102 19 0 120
Avermectin Bla NH, 89 20 0 110 89 16 0 100
Eprinomectin 103 22 0 120 113 6.5 0 120
Neospiramycin | 0 0 0 0 0 0 0 0
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e LB TRZENT 2LENH S LMW S h7
B, (D7 = MYV ANFH 250, (2)GPC, (3)H
AT 2T X B AL OB 2 R AR - 1037’
DN, A Y EEL, H—OLCEMTlE T #E 7236
WE TIT 5 72,

(1) 7 b= PN SANFH U5 EIE, TER=DY
ARG 2002 ugiin L7z, MEo7e =11
RN F Y TSR Z T, TR = MY VEE S
WU 7=theuiti, WA L7z, MR ZRUTIR T, BIERD70
WBULLEDOWEIZ, 32WETH -7

(2) GPCI3232 TR L7=EMHOR V@ TIT, BB
2 mLICEEHE G %02 g L7z, Wh 4L 25 (8
mL) TEIZHHL, A W L7z, #RERATIRT,
BERAT0 % EOWE1E, GPC O4&MHOTIR16WE,
@TIRI2WE TDH > 720 GPCTIZ IS BAF 7 W B
Yo7z,

(3) [#1# F 2 iZCaptiva EMR-Lipid% flv 720 & @
H T A, A XPERR EBOKEAHEAEH 2 A bE b
ZEIT& D, MRERALKIEHE 2 BRI IRFF L 72 LT,
HwE a3 5, £72, AMED20~25 %D 7t
F= Rk (82) THIMSELZ LRI TS
Yo 7 M= U bok (82) 1 mLIZEE#ES#0.02 ugidsin
L7:#%, 77 2ZAML, £HO712 =YK (82)
2 mLXE&MH@7 € b= b vok (1) 2 mLTHEHL

Te e M, e L7z #iRERITIRT . BIEAT0 %
DEoWEIx, £HOTIWE, &M@ TRISWETH -
72 Captiva EMR-Lipid & B A KLU 7 W) - B s 7
"ol

ERROMRDP S, BMoEREE7TE =YV A
FH UM ERHBTAZ L E LT
3.3 AMBRPDEKEDEE

e O — XA O T £ b= b )b & KOHIK
W2k oT, E=2 BRI =27 HRFICE» RSN
720 2024 7 a4y vAE#E (02 ug/mL) %7 b
S MU NVEZETE M MY VK (L) TEMEL A
OMRMZ X b7 7 A %RTo EEROT7TE = YW
BRLIZBAEIE—27 by 7HENTw 59, TEOT
b= UK (1) THEBRLAEGGIRTFLRY -2
Wik o720 ¥—ZMEIE, 7 M= MY VICHERLE
Tis2ERRERE o7z SO 0, HEHER LR
DT M= M) NVEKOHMEILE —EIZT DI ENER
HEDONG Y F 2R THOICEEETHL LEZ LN,
L2 L, BUERAR ISR 7% %2 B L IR D RIS
XMW DRI RD, BET L2 LIZHEETH >
7ele®, WMROMEE —EICL, FKICRIELZT
o RN S AR L2~ MY Y 2 AR AR
BRCTERT DI L& L7,
34 ZLUMFERER

4.0e4 518 Ttrr=kJJL
3.5e4
& 3.0e4
o
> 2504
2 2.0e4
L
T 15e4
1.0e4
5000.0
L N
00 2 4 6 8 10 12 16 18 20 22 24 26 28
Time (min)
4.4e4
4.004 5.08 THb=kJJL: K (1:1)
3 3.5e4
© 30e4
é .Oe:
g 2.5e4
3
T 2.0e4
1.5e4
1.0e4
5000.0
k W
0.0 2 4 6 8 10 12 14 16 18 20 22 24 26 28
Time (min)

F2 F70O0x%4H2 ZHER (0.2ug/mL)
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341 ERM

77 7B E LT 240/ %2 241206 - THI
WPLL 7212, LCMS/MST/#TL, E@dzliET5E—
I DA MERER LA, A NI A4 IR S N7 R
O HEE (¥ — 27 o s e & RYE (0002 pg/mL)
DY — 7 HREDL/10K10) 2l R 5 X9 =B ER 3R
DLl
342 HERUKE

F-OHN2 gl KM 202 ng GRMERE 0.1 ug/g)
132002 pg (RIMEEEE 001 ng/g) WL, A&

B PP o THILIL L 722 1CLC-MS/MSTHAT L 72
DEERRHEOR R, REEERKLLZERL, BE
BOHEETH21EFEIR T, 2B, RAEEER2TEm R
fE£30.005 pg/mLOIMWEIE, BIEE 0.1 ug/gTOHER
DHEIRTY o

BEOHEME MW TWEE, RO -1
BED0.1 pg/gTIXISHERH, 001 ng/gTIX20HEHTH 1),
TR i B2 C H AR & 3 72 T B I X 4R T o 720 (R
AR 2 TR O HAE 2 i 72 3 W B, SN E
230.1 ng/g TIX27FEMH, 001 pg/gTII27THBTH ), Wi

R4 BURFEHR (RAMATHI-1)
BNREESS wm | Tows | mER e ALl
BE | BR| 00| S20% [ | FOE | EATE | gy, |FONE | SANE

Enrofloxacin O 78.2 6.28 14.8 72.5 12.9 16.9
Ciprofloxacin 53.0 12.6 27.7 95.9 25.3 253
Oxolinic acid O 84.4 5.29 7.40 71.9 4.42 11.6
Ofloxacin O 70.1 494 11.7 94.6 7.73 171
Orbifloxacin O 70.3 10.4 10.9 71.0 11.2 11.6
Sarafloxacin 40.2 6.43 228 63.1 26.5 26.5
Difloxacin O 72.0 3.68 191 117 12.7 19.0
Danofloxacin O 75.4 9.42 134 96.0 7.48 17.7
Nalidixic acid @) 89.3 5.06 14.7 119 10.7 15.8
Norfloxacin 417 8.08 259 58.9 30.7 30.7
Flumequine O 75.4 6.68 6.68 78.8 14.1 213
Piromidic acid @) 73.3 7.55 8.07 94.9 7.1 16.3
Marbofloxacin 61.4 8.75 14.8 86.4 26.1 34.8
Miloxacin 37.1 10.5 48.8 28.0 14.7 493
Lincomycin 46.1 14.2 21.3 69.3 29.2 29.2
Clindamycin 477 14.8 201 105 12.9 16.2
Pirlimycin 13.7 8.37 30.9 279 334 334
Erythromycin A @] 83.6 9.01 13.6 82.1 8.22 129
Erythromycin B 57.6 6.43 26.1 58.2 30.0 34.2
Oleandomycin 525 5.15 23.6 158 5.41 17.0
Josamycin (@] 70.2 9.60 171 774 9.27 10.9
Spiramycin | 74.2 11.3 17.2 420 345 34.5
Tylosin O 71.0 5.33 10.9 81.3 13.2 17.1
Tiamulin 60.8 6.86 46.0 213 208 345
Tilmicosin 61.1 7.96 229 58.6 26.4 26.4
Mirosamicin 533 7.73 3441 933 10.8 19.5
Clarithromycin 724 8.98 305 73.0 14.7 29.0
Azithromycin 411 15.1 20.7 87.3 24.3 35.1
Roxithromycin 59.1 7.66 22.3 164 15.5 22.6
Leucomycin A5 64.1 6.83 13.8 81.9 133 19.7
Tacrolimus NH; O 73.3 7.91 8.3 78.6 17.5 17.5
Dirithromycin 12.2 26.3 37.7 0 - -

Moxidectin X 111 67.3 88.0 - - -

Avermectin Bla NH,4 9.94 235 85.9 0 - -

Eprinomectin 238 413 74.9 0 - -

Neospiramycin | X 315 104 21.2 - - -

Monensin 374 14.8 17.6 428 10.5 20.2
HiRE 70-120 | <15 <20 | 70-120 | <25 <30
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&5

FUMPHERR (RAMEEHED)

. EZRF BEE 01ug/e 001ug/e ggﬁﬁ
RETEMEE BRI 0002 | 25000 | mmgey | FOBE | ERRE o [ FARE | ERRE |Fam
ug/mL BEO® ) ) BHE®% o) ) ey

Diaveridine 55.4 7.21 9.66 62.5 16.1 21.5
Sulfaethoxypyridazine @] 705 8.13 9.60 82.0 10.9 14.7 @]
Sulfaguanidine 93.2 450 6.21 457 41.0 429
Sulfabromomethazine 67.3 9.02 9.48 80.5 21.0 21.0 @]
Sulfabenzamide 454 17.5 17.5 46.1 229 229 O
Sulfisoxazole X 56.1 12.6 17.2 - - - @]
Sulfisozole o] 733 5.54 7.98 79.4 8.4 16.3 @]
Sulfisomidine o 77.8 9.42 9.42 75.8 11.2 18.5 O
Clopidol O 81.2 6.27 8.52 98.8 11.4 12.4 @]
Difurazone 0 - - 0 - -
Sulfathiazole x 421 11.8 15.9 - - - O
Sulfapyridine o 78.9 6.86 9.26 80.4 13.8 19.8 O
Sulfamerazine x 73.9 9.52 9.52 - - - @]
Sulfadoxine o] 83.9 5.89 5.89 90.2 10.2 19.7 @]
Sulfamethoxazole o 79.9 7.81 8.10 91.3 12.7 16.3
Sulfadimethoxine @] 75.1 6.22 9.44 815 11.6 18.2 O
Sulfaquinoxaline 49.2 11.7 174 50.8 11.9 15.2 (@)
Sulfanitran x 51.8 11.9 15.2 - - -
Trimethoprim 67.4 7.98 8.27 73.7 23.8 240 @]
Sulfadiazine o] 84.2 7.41 1.77 92.0 13.9 20.0 @]
Ormetoprim x 522 7.47 115 - - - @]
Sulfadimidine 6] 78.6 6.22 6.93 77.8 14.8 21.3 O
Sulfamethoxypyridazine (@) 77.9 7.95 7.95 70.0 16.4 21.8 (@)
Sulfamonomethoxine o] 71.6 547 7.98 77.2 135 14.2 @]
Sulfachlorpyridazine X 38.3 111 11.8 - - - (@)
Sulfatroxazole @] 80.5 9.60 9.6 85.2 7.9 14.4 @]
Levamisole o] 78.8 450 10.2 91.7 1.7 19.7
Thiabendazole o 76.2 6.13 9.19 89.9 15.7 20.7
Ethopabate o 87.0 4.49 7.89 106 8.9 17.1 @]
Trenbolone x 57.2 8.46 9.28 - - -
Melengestrol acetate 16.7 38.5 39.7 253 243 313
Xylazine X 0 - - - - -
Pyrimethamine 235 13.2 33.6 30.4 120 61.0
Allethrin x 0 - - - - -
Dexamethasone e} 73.0 9.92 10.7 106 14.0 15.2
Hydrocortisone 46.6 21.4 26.6 0 - - @]
Famphur 46.3 23.2 23.2 60.1 251 439
Trichlorfon(DEP) e} 77.1 9.22 141 93.4 13.8 14.8
Fenobucarb(BPMC) 55.4 111 111 922 17.6 22.6 @]
Sulfacetamide @] 88.1 7.30 10.1 78.9 9.23 9.23 @]
Prednisolone O 88.8 8.26 8.26 112 6.93 6.93
Clenbuterol 0 - - 0 - -
Lincomycin @] 91.0 9.18 10.9 95.6 114 16.1
Zeranol 4.00 48.1 48.1 0 - -
Thiamphenicol O 72.4 5.21 6.43 73.5 12.7 21.9 O
2-Acetylamino—5—nitrothiazole @] 72.4 13.7 13.7 90.8 13.0 13.0
Florfenicol X 93.1 51.5 51.5 62.5 15.6 46.3
Clorsulon 0 - - 0 - -
Chloramphenicol @] 74.2 7.31 9.77 97.5 14.5 14.8
Nicarbazin x 0 - - 0 - -
BiEE 70-120 | <15 <20 | 70-120 | <25 <30
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WM EECHEME 2 W72 TR 324/ CTh o720 Lo
T, RABMEBRRIIL22 G513 5 L38HH TH - 720
F7, A7) == 7L LTHEDHIPZ50 ~ 150 %2
AT 7286, RN BE C H Bl & G 7 3 R IR AR
WL CLOME, RAMERR2T2OME L 20, A5l
T 5 EBMEHT, A7) —=r 7L LTORRAEIRE
Mizo HEED S 2 WEITEEEDT0 %A O W 23
ZEAETH- 7,

BEATHIEE O BB 2 W72 - E, RAEEERRL-1T
WIEEEAN0.] ng/gTiE32Hi4H, 001 ng/g TIE23MHHT
H Y, RAFAEEE2TEIMNEEEEA0.] ng/gTI1338MH,
001 pg/g TII3SHFTH - 720 BPIRIED HEAE % G572
TWEIL, RAFERE-TTRMEES0] ng/gTIX17
FidH, 001 ug/gTIIAMIH TH 1, REEEHFW2THR
T FEA30.]1 ng/gTlE38%E M, 0.01 ug/g T30 TH -
726

B OAEE D e % & Chili 72 L2 1, IRA 1Y
BRI CTI3ME, RAEEER2C24ME L 2, G5
T EMBThH o7z FHERGLSHVYHEIL, ER
BRFETOY — 72 /NE <, WEMEIRL, E5>
EDVKEL R BEMDD - 720

BEICFE DM A TR UPEFHE A T L, 9 & % LT
WS V7 7 KRG BPUR A O —F oAt i TG EREEE
W21 26FE FH AT ELE Je OKG E D B A Tl 7z LT 7
(51 5) o 4 BIRGES L7z dri C M £ i 72 LT 7z
WHE %Y IV 7 7 FIEEWPTRE A O — 55507 T I % G
LT e s 2 &, ORI 7 1 B e & G 7
L72WETH Y, Moiike®RAdTsZ&128D, 350
BOGHDTREE 725720

4 FED

LC-MS/MS% Hiv» 72 4= 5 A Fh il ¥y i 1€ 6 it 0 — 7 53
Wiz e Lo F o2 g210 mmol/L Na,EDTA®
A 01 mol/L Y RIEMMME W THE T F A X L7tk
EOHIL, |IRTE.OOHEL, LEZ5IL 7, HLB
1 gl X ZEAMMME, 7 M= MY AT RS
L BBUREEZ B L 720 78 b= MY OVIE & T iR
L, 7 b= bYIVERTL mLIZERL, LC-MS/MST
WEZAT ) ITE R L 72, RUNFMiz T o728 2
5, DT o257z,
(1) LC-MS/MSill 5 "¢ 8618 o Bh ¥ H 3 ih O MRM € —
FIZ & 25 217 o 74548, 0002 png/mL3120.005 ng/
mL T4 E /IEE (S/NIL = 10) »Ebhi, 72,
83 HH D FLHE 1 T0.002 ~ 0.1 pg/mL31%0.005 ~ 0.1 pg/

mLOFH O~ b v 7 2RISR T BRI 2R
= 099) 2oz,

(2) W LzaTodWHESENT, #ERETHEEE
7z L CTwiz,

(3) ELEE0 HASAE % 2R O 7RI BE Tl 72 3 WL, R
AR AT AR, RAEEE 2 TII24EE T
Y, GEBSHETH - 720 HEOHEAMZ50 ~ 150 %
IR 72854, AR TAERY, A7) —=v
e L TOFRMIR SN, HEfEA D S50 2 B
BEIESIIE, BEEAT0 %R OBWINERGDFEA LT
Ho7
(4) Z M PEEPAR T A & H 2 W N BE T L
O O e 2 Tl 72 L 22 BV B3R 3, IR R e
WIRL-ICI3ME, RAEMSER2TAMBE L 20, &t
T2 LITHFETH Y, EHMOWHEEEIVRE S,

(5) HGEEMERG - S o WE I, ERBAMETO
Y= ZHRAVNES B MEA LS, 150 & 27K &L
% HAEIDD - 720

BB, GWEICOVTKROFEEE LWL IR o7,
O FofR ORI SEAMED 2 BRET 572012, 1EH A
DOGHBEIEMT 2ERBEIT b= PV AFH
VHET S
@ BEHEGO—EIZEBEO 7 X b= bV EKORIF I
L£oT, E=2BIRKOE =27 HRICELSR SNz,
B E RO T £ = MYV EKROMB 2 —EIC
THIENERMBEOIZSGDEZ AL TAOICEEETDH
5720, 777 EHNIERRZRML MY v 7 A
IR AR CERT %,

SR, BIREEHCTRE 2T, BUEO—F 5T
ECHMW RS KEDOEEOBINE HiEd. 7,
BUE OLC-MS/MSHI & 4 C 1358 1 B O 85 W B s
LT N ITH A7) PRENR=ZTY Y ROHUEWED
ol 7 P8 SR S O FMGT 24T 9 L3RS, AT
BE %4790

X

1) HASERSMW © fr A 3B - TEF2015, 490499, 4
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2)  HERIEN KA R OVRRIRIC B U % BRAL A A
Wz B T BE S S — A AT, H AREREE il X 4ERE,
68, 311-315, 2015

3)  EEIERNE, VN, A G OEES s
rax NG T4 =8 F A RSNEICL D
FRTOF FSHA 2 ) YRR B-F 7 5 A RbiE
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WEO—FK50r, HHbs:, 66, 5, 369-374, 2017
Mo, JEBAZE, AR - E RO o
R RR By P I 38 it 0 a3 AT BRI D WS, IR
AR BRI ZE T 4R H, 27, 81-85, 2015
HEERE, MMEEL, BE A, R AT LCMS/
MS% F 723 K b o B F B 38 5 — 7 3T
D Z M VEFHMl, A2 )1 B AR TSR I ZE i, 44,
9-14, 2014
IEEL, BRI, ARARIET, K 3 2 A7
BEHTA FI74 12k Z)’i%“”iﬂ%)ﬂl:é?euu—ﬁaﬁ%ﬁ
BEOZ YR (3%, BB R > & —
AE¥R37, 137-144, 2013
HEWENE -, NEEINAEIL, &1, RARIERE, i
ﬁ&ﬁ LC-MS/MS#% Hl 7213 & Ao o By H P& 36
BT 5 —FoiEopEr, MILRRERE Y >~
57—513%11, 42, 67 -76, 2018
7YYLy b7 /0 Y — " Agilent Captiva EMR-
Lipid# — M) v T2 =27 v 7B XLTLC/MS/
MS % Hi w7224 A v O B B8 B ) i IR 358 5 oD %6 B 4 W) B
57 M1, https//www.chem-agilent.com/appnote/pdf/
low_5991-8598]J AJP.pdf (2019.11.77 7 £ &)
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Study of the testing method of specific aromatic amines derived from azo compounds contained in textile

products

S, HEIEY, AR

Mgk, fibAaB X, MEHMSE, BT (R LR

TREF
KANEKO Hidefumi, NAMBA Junko, HAYASHI Takayoshi, TSUTSUI Michiyo, IKEDA Kazumi,
YOSHIOKA Toshiyuki* (Food and Drug Chemical Research Section)

*Water Section

=

=
B

SHGEIAER ST Wl 2 R L LR &R T 3 Y HRBRIE OGC/MSHM 4 h45 2 Biad L7z slRHE
AFFNZNSVARZATY) v bLAEZERAL, GCA F 41, DB-35MS&E L7z LA L, —OWE I — 27 IRAEL, 2
HEICHED D 5 72720, SHRtx-WaxliZEBR L7z L 25, RiFa ¥ — 27 BIRE Oz AEEITHE - THRIMEDGAER %
Fhili L 728, JIS L 1940 TR O HEMEASTRE SN TWA20WE D 5 b7TWH R BEMZ 72 X 5 d o 2o KEILF MY
7 LKEMDOWEDEE L r AV 17 7 LAOBEIGEEOMINC LY, 2 TOWE ThIEED HEM A i7:3 2 LT

gf:o

[(F—T7—=F: 7 MbaW, FErR&EKET I ¥, KEMm, GC/MS]

[Key words : azo compounds, specific aromatic amines, household products, GC/MS]

1 [EC®IC

T VGRS, AR R O gL I S B A
BeBtO—>2oTH Y, WF-T3000HFHY L&A SNT
Who T VYHRHE, o LSS VA (N=N-)
*HFELTBY, BNOME, S CRTrmsh, Hf
W7 I v kKT %,

HEWE 2G4 5 RERGOBBNET 2 B 525
B2HOWHE & RO LEA (LT [EA] Lwvdo) 23°F
2T —FBERIE S, FHRIET I v D) B, WAL
FZDOBENDEMEINTOL24H8E (UF [4FEH R
BT I V] ) B HZICBAIIEEShTwa,
SO EPLMETH T VYR E A B O MR &
R BIOORE ZAT> T b,

NP, HEWE E GHT 2 FEMMOBTICET 2
HHMATHLA] (A9 AR 5345, DT [:MtT
B L) BIFBUIR STV S A, BRI N4
725 T, FH284E6 20 HAF U, JEAE 574 mm” 12X b,
JIS L 1940-17 (BUF [JIS] v 9o) 2B E I ELE
BT 3 v oERBZ FOFERML, JISICBE S TW»
LI LCTW5 L 2ERT 5% &, BT
NEZFERT 5 2 LAk bNT WD, 4, gkl

HENTV WS Z R L LR ®/IET I v
iF %12 p-phenylazoaniline* 5 276 S LA K 3 % W] REPEAS
% aniline £ O'1 4-phenylendiamin (LAF [4FE &K 7
IVH] Lwoo) REBREDOGC/MSHNT &MFE MG %
To72DT, ZOMREHRET %o

2 EBRFGE
21 ##
#5100 % OMEAER M T, AEEBIBO b D2 H vz,
22 BAEXNRMEEF
R wRT I Ve, BEHIEH L 22 N SE 3
WEZFENURT (LUFNo TR LZZBFIIELRICBITS
No.lZ—3HF %)
23 HAEZXE
FEFTHRT I 2V BIRGEEEER - FERFHRT I V3
SN 2685 R A i (SEISHIN-DYE-KITS) (SPEX#)
Naphthalene-dgfEH# ity (B H{LA~5)
2.4,5-trichiloroanilinef# i (AccuStandard #)
Anthracene-d, /i85 (BIHIbA2Y)
r 42475 4 Chem Elut 20 mL (Agilent®) (DL
TIATH] Evd,)
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1 BENEVERVBE/NTA—2—

p = e = . RT.

No. #E£ EEAXY TEHALY DB-35MS  SH-Rix-Wax
1 aniline 93 66 09:58 13:02
2  o-toluidine 106 107 11:13 13:25
3  2,4-dimethylaniline 121 120 12:10 13:58
4  2.6-dimethylaniline 121 120 12:12 13:45
5 o~anisidine 123 108 12:32 14:33
6  p—chloroaniline 127 129 12:55 15:59
7  2-methoxy—5—methylaniline 122 137 13:28 15:09
8 2,4 5-trimethylaniline 135 120 13:28 14:58
9  4—chloro—2-methylaniline 141 106 13:51 16:16
10 1,4-phenylendiamine 108 80 13:56 17:30
11 2,4-diaminotoluene 122 121 15:05 18:23
12 2,4-diaminoanisole 123 138 15:54 19:19
13  2-naphthylamine 143 115 16:31 19:27
14 2-methyl-5—nitroaniline 152 77 16:57 21:12
15 4—aminobiphenyl 169 168 18:10 21:34
16 p—phenylazoaniline 197 92 21:57 -
17 4,4—diaminodiphenylether 200 171 22:51 -
18 4,4-methylendianiline 198 197 22:59 -
19  benzidine 184 185 23:01 -
20 2-methyl-4—(2-tolylazo)aniline 225 106 23:57 -
21 4,4-diamino—3,3—dimethyldiphenylmethane 226 211 25:02 -
22 3,3—-dimethylbenzidine 212 213 25:21 -
23  4,4-diaminodiphenylsulphyde 216 184 27:03 -
24 3,3—dichlorobenzidine 252 254 27:27 -
25 3,3—dichloro—4,4—dimethyldiphenylmethane 231 266 27:33 -
26  3,3-dimethoxybenzidine 244 201 27:36 -

Naphthalene—d8(1-11) 136 12:24 12:59
IS 2,4 5-trichiloroaniline(12,13) 195 16:10 18:48

Anthracene—d10(DB-35MS 14-26),(SH-Rtx-Wax 14-15) 188 18:20 19:26

®2 EBERUBIESRME

4\ Ht%

GC-MS:JMS-Q1000GC Mk I
GCHSL: Agilent® DB-35MS 30 m 0.25 mm X 0.25 um
SHIMADZU%! SH-Rtx-Wax 30 m 0.25 mm X 0.25 ' m
:E| F"'E Kjft'-
HB&E. DB-35MS : 55 °C(5min) — 15 °C/min — 230 °C(Omin) —
5 °C/min — 290 °C(0Omin) — 20 °C/min —
310 °C(5min)
SH-Rtx-Wax: 55 °C(5min) — 15 °C/min — 250 °C(10min)
FEAFE INIWRRRT YL R
INJLARIE A :50 psi
/N)LAREFAE 1.5 min
FYYTHR ANYHL
DI LFE 1 mL/min
FAZE:1 uL
FEAORE 250 °C
ARA—Dx—RRE 240 °C
AAVIRRE:210°C
AFILEE:70 eV
BIE % SIME—F
DHINGA—E— K1
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A F Ntert-7 F VT — 7V (BRALFEE) (BIF

[MTBE] &v25.)

Z oI, WAL b ARBEIOREN b 0% H
W7z,

24 REBERBRRVESRNSBEERROBAR

FEETGHERT I VG 260 EAFER AR S
( 41000 ug/mL) , 14-phenylendiamine (1000 pg/mL)
& U°24-diaminoanisole (1000 ug/mL) % &HAFRIEA L
333 ug/mLICTRELL 723 ) ZRAEEREE L,

¥ 72, Naphthalene-dg # i, 2,4,5-trichiloroanilinefs #
i, Anthracene-d, B # &2 TN ZFN X ¥ J — VITHE R
L, 1000 pug/mL& L7z INHEZEFEERALZDDIC
MTBEZ Mz CTHMPRL, 4100 pg/mLE L7z, S5I122
ZMTBETAML, %20 ug/mLo 3 A PRI AT &
L7
2.5 HEDRR

KERAL S ™) 7 AOREEWE © KERIEF MU 7 & (FDGHE
B HERR) 10 g% FEEUK0 mLISER S H 72,

7 IR 7 T KA (DGR, k)
12526 g OKERALF t U 7 2 ((FIEHESERL, 454%) 6.320
g & R BIKICHE D L, 1000 mL & L7z,

WY+ Y M) Y AR Y F A VRS MY
7o (REALCE, F#h) 20 g REEKICHES L, 100 mL
& L7
2.6 RERAESEERROAR

24 TR L 22 RAFEFE W ZMTBETA ML, 4100
ug/mLEBAEEREE L, S 5ICZNEMTBECHEHA
AL, wmmGRER CldMmE#IE, 401, 02, 05, 1, 2 ug/
mLOSKORATEEFR 2 HE L, KRAFEFK]L mL
V2 3FEIR A PR HE 25 uL & il 272 b % GC/MSHlE A
M R G & L7z,

27 DEERVBAESRSG

Pl B O E ek 2 217§
2.8 B TIRERVEE TIRE

FHRENZHRHBAR (/4 XL X005~ 10 LK)
2TV R ORI & & S iR 2 R L, 7l D) 5B
Ll U7z e fil 2 EBURHR Y L 72 1%, BE8E R (o) &
5, UMIRTRIC X DI TR (ng/g) , A FRYH
(ng/g) ZHM L7z,

M TR = ¢ x 3

Ew TBRE = o x 10
29 HEARTAR

RGBS, 24 THE L 72 IR AR R30 uL & AiY)
D L7z A oMHERENL0 gl L, BEHERT I

DFIEHDL0 pgDWMBE 2D XS LT W 7E—
1R,

50 mLEH 9 AMWA LA Z ISESRE L, BB oR
MEBHZ A% ) =2 mLE O 70 TO 7 = ¥ W% A 15
mLZ Mz CTHMB L, 70 C T304 WML 720 HEwC, H
TFF VS M) Y AKEES mLEMA T, WL RS
I L, BH L 721270 C T304 mi L, #IchUs, 20 C
DB THCIFAWHL, 20 DINICEIRE THHIL 72,
Z D%, KERALF MY 7 2KEH02 mLE M, ML ¥R
EI L, BT LA L7z, 200 mLF AT 5 2 3% %
#r& LMTBE 10 mLTRISA %20 L7212, 71 7 &
WEM L, MTBE 60 mL% % 5 2120z, SEiEiH & by
THMEZEEINL, 9—% ) —ZNEL—%—I2X )50
T LLF, 350 mbar T#1 mLIC#E#i#%”, MTBET10 mLIC
ER L 7ze B L2 mLIZ MR & P EREL e 7 25
uLZ Nz 72 % O % GC/MSHlE H BBRER & L7z

210 FMEURHBROEE

[ TE [l 10g

REEERK (333 ng/mL) 30 4 LiRM
AR/—)L 2 mL

70 CHOTUEERREIR 15 mL

|70 °c = 2 °C 30 min

20 % BOFA BTN LIKIER 3 mL
BLURES

|70 °c = 2 °C 30 min

| 20 COKBHRTIRED

|20~25 °C 2 minkiA

10 % JKERIE TR LIKIBK 0.2 mL
HURES

| 7492154 |15 minkiE

MTBE 80 mL (10, 10, 60)

[ B |
|
[ e |50 °CLL T, 350mbar, #1 mL
|
[ ] [MTBE 10 mL
|
I 53 ER |1 mL
| IBRENEMBLER 25 uL
| cc-wsgiE |

K1 970-—

¥ % &/ W 7 I v Hi 1%, Naphthalene-dg,
2,4,5-trichiloroaniline, Anthracene-d,,% NEREEHEYE & L
THWZNIEERERIC X Y g Lz, MEiid2eic sy
PERL L 720

EIUEREREE 2 —FFRK 127



IHWRRVEE
3.1 GC/MSZ&HNDIRET

KEHEEBE1Z, DB-35MS (Agilent# 7 7 2) 2w,
AEHEARBEL LTSV ARFATY) v bLAEROTAT
)y MEIZOWTIRE 2175 720 iR EEITIRT,

INIVA RAT) v L AT, 14-phenylendiamine
(No.10) }. 1¥24-diaminoanisole(No.12)LL #% D 24% 45 1
002ug/mLTS/N > 10 (S5 7 F VNR — 2 5 4 ¥
J 4 X)) %72 L T w725 14-phenylendiamine & O°
2,4-diaminoanisole(20.1 pg/mLTS/N > 10% i 72 L T W
726

A 7Y w b+ # T %, 14-phenylendiamine(No.10),
2,4-diaminoanisole(No.12), 2-methyl-5-nitroaniline(No.14)
K U°p-phenylazoaniline(No.16) L #% @ 225% 55 120.1 ng/
mLTS/N > 10% i 72 L T \» 72, 14-phenylendiamine,

2,4-diaminoanisole, 2-methyl-5-nitroaniline }t O

p-phenylazoanilinel0.2 pg/mLTS/N > 10%& 72 L T
720

EUTH, Bl GE LT 2220 O FEE—MT
I VHOBM FRREZ5 mg/kg& 2 LT A.5MIE1.0
gE R L, mAFERAMTBETIO mLISERL T 7
O, ABRE TIX05 ug/mLE 5 2 Lk 5T
WBHAS, WEAF I E DI, Tz LTwiz,

WS, MmO M BRI O WT, SVA FATY v b
VAERTATY) v MEOREZ T 5720 VA RAT
Uy b LAETIE, 01 pg/mL ~ 2 pug/mLO5HORE
T, A7) v METIE, 02 ug/mL ~ 5 pg/mLO5E DR
RIT, 2 TOWETREZERE (° > 0999) 745
niz,

—fl & LT, X2Z2-methyl-5-nitroaniline (0.2 pg/mL)
DYAzUuX M7 I 5 (m/z=152) %R_To /SIVAFR
AT v ML AEO TSR E O M AL &R

£®3 NIWVARZRTU Y bLREZERVCZT Y v MEDOHKED (DB-35MS)

S/N>10

(S/N>10L72 BB E)

No. ¥EH Pulsed Split
Splitless50

002 yg/mL 0.1 ug/mL
1 aniline @) @)
2  o-toluidine O O
3 24~dimethylaniline O O
4  2,6-dimethylaniline @) @)
5  o—anisidine @) @)
6  p-—chloroaniline O O
7  2-methoxy—5—methylaniline O O
8  2,45-trimethylaniline O O
9  4-chloro—2-methylaniline @) @)

10 1,4-phenylendiamine x (0.1) % (0.2)
11 2,4-diaminotoluene O O

12  2,4-diaminoanisole %X (0.1) %x(0.2)
13  2-naphthylamine @) @)

14  2-methyl-5—nitroaniline @) % (0.2)
15  4-aminobiphenyl @) @)

16  p—phenylazoaniline @) % (0.2)
17  4,4-diaminodiphenylether O O
18 4,4-methylendianiline O O
19 benzidine @) @)
20  2-methyl-4—(2-tolylazo)aniline @) @)
21  4,4-diamino—3,3—dimethyldiphenylmethane @) @)
22  3,3-dimethylbenzidine @) @)
23  4,4-diaminodiphenylsulphyde O O
24  3,3-dichlorobenzidine O O
25  3,3-dichloro—4,4—dimethyldiphenylmethane O O
26 3,3—dimethoxybenzidine O O

( VAL S/N>10ZmT-LI-BE (1g/mL)
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[o7h5a] 152 vig  FEHE S

[100]— )
1656

ATy R %

AT ykik

No.2

1
16:59

2-methyl-5-nitroaniline

2-methyl-5-nitroaniline

T T
RT--> 1620 16:40

T
1700

T
1720

X2 2-methyl-5-nitroaniline (0.2 ug/mL) XY A< ~J 5L (m/z=152)
FTEDODXr—IVIZTFTED15(E

&L, U= BRPERCTH 5o EREAME W, i
P& AR T RIF R EMRIEDTE 5N D 4 EEN T A
LN WS, DEOBEHISVA FAT) v b LA
Ihfroz kel
3.2 GCHZ LDWH%E

DB-35MS T &,
24-diaminoanisole® ¥ — 7 JEIR A @ mBR A E W D
T, WS 4 (SHRtx-Wax) % HvCOBE L7z,

SH-Rtx-Waxid, 7 7 2 O RERIT H & =il B 23250 C T
HY, BIHTE 20, HREEH2RWISWE (£ Nol
~15) THo7z

—fl& LT, K3i214-phenylendiamine (0.05 pg/mL)
N Azux 7T 5 (m/z=108) %5T. LEDDB-
35MS Tt ¥ — 7 LR A IEH ITE W 25, SH-Rtx-Wax T it
BIf ¥ —=27IRTH Y, Nol ~ 150 TOYE TDB-
3BBSMSE I L TY¥ — 7 IR B THh - 720 DB-35MS
T 132 4-diaminoanisole & 2,4,5-trichloroaniline ( PN {#f %

1,4-phenylendiamine ¢ O

#e W) E ) & U°24-Dimethylaniline & 2,6-Dimethylaniline
EHWIZE =27 2508 L T\w7z 25 SH-Rtx-Wax Tl 5%
BEITE — 7 P55 HE L 720 SH-Rtx-Wax ® # 3 ## 13 No.10
®14-phenylendiamine LA 4} o 14% & (No.l ~ 9, No.ll
~14) TIiX001 pg/mL ~ 2 pg/mLD8 i D IEHE 7 T,
1,4-phenylendiamine T 1%, 0.05 pg/mL ~ 2 pug/mL®D65
DOREHEFHCT, BIFRIERYE (> 0999) 234 5 hiz,

U EofRiIcky, 2hs15%E (Nol ~ 15) A3DB-
3B5MSTHH S 73 61%, SH-Rtx-Wax & WV TE®RT
ZkEl7,

3.3 AhEYREERGER

GCH 7 2 id — 7 45 #7125 W] g = DB-35MS%& [ v
TAT o 720 MR % RUTR T 10 % KB AL F b
Vo A KW, MTBE 80 mLT &R B % 17 - 72 3
&, JISIC R o H B A3 i 8 & T v 5200 3
®» 9 B24-diaminoanisole(No.12), 4,4-diaminodiphe
nylether(No.17), 4,4-methylendianiline(No.18),Ben

FILEREFRE > 2 —F8,
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PeeL) 108 Y MMM
o)

GChZ L
DB-35MS

/{»’n / [ 1,4-phenylendiamine

M

|

b

Mol D)

GCHhT L
SH-Rtx-Wax

168€ “o o 1530 oo

[ 1,4-phenylendiamine ’\ \'

|
|
|

|

X3 1,4-phenylendiamine (0.05 ug/mL) ®~¥ X7 0OY Y F L (m/z=108)
FEODXr—IVIZTFERD1/10

zidine(No.19),4,4-diaminodiphenylsulphyde(No.23),
3,3-dichlorobenzidine(No.24), 3,3-diamino-4,4-
dimethyldiphenylmethane(No.25)1Z 2 \W» T i H Bl % i
723 drol.

o> Sk & g L7z & 2 A, 24-diaminoanisole(No.12),
4,4-diaminodiphenylether (No.17), 4,4-methylendianiline
(No.18), Benzidine(No.19), 4,4-diaminodiphenylsul
phyde(No.23)id, HAEMEARZR OHGH D Wz Hh, wik
HOBHOLEENEZ 57 7,

MR o o= R EZE 2 5N D 7 T 5O
HHER L7z AR FRICH T A Fir SRy L, #i7zic
LB HE A SN iz720, T OEMZ IE L 7-#5 R
ZRUTRT . WO L7, 5 S BWE AL S iz
ZEH5H, MR LZMTBE 80 mLOBEHSGHETIEA Z
LA DEWDA T TH D LATRBE NI,

3.4 FINEREERE BRI R

HHESY OMEEBEICL, KB MU Y 2K
REZ10 %0530 BICEE LR Z 1772 T, 7
I AT AMTBEA80 mL (P£#+10 mL x 2, ##HI60
mL) %* 590 mL (P£#4+10 mL x 2, {70 mL) 122 H L7z,

RRIE, KEDEBY TH Y, KBRILF b U 7 LIKEHD

130 MEUEREFREL> 2 -F®

WEA10 %&£ 30 %TIIKL/ZE 5, 30 %D 5 A3 ELE
FRFTHo 720 72, MTBERZ80 mL & 90 mLTHiR L
728 25,90 mLOTFHBENRIZRI TH o7z 2B, K
FRALF I 7 DK OWEEE3D %, MTBE 90 mL 44
T, JISICHE SN T 5 IR & T BHEH % i 72
LTw/,

35 METR@E (MDL) RUEETRfE (MAL)

GC7 Z & 1¥No.l ~ 1513 SH-Rtx-Wax, NO.16 ~ 261
DB-35MS% w7z, 001 ug/mL ~ 0.1 pg/mL (No.10i
0.05 ug/mL ~ 05 pg/mL) o K fi AR HE 70 % 52
L, 281ZHE\V IR D 7ot R & 6127”7 . MDLIZFEFRHAR
T0.0041 ~ 0.14 pg/g , MQLIZFEEEHRE T0.042 ~ 046
ug/gTH 0, FHEATHINTED 5 HH#EE D30 ng/glxt L,
TR NETH 5 720



F4 HMEURGHREBRRORS IHERER (RMNE 10 ug) (DB-35MS)

ERE] ERE | oo
N WE4 ® *) o e
(n=2) (n=1) ’
NaOH (%) 10 10 »5LE
MTBE (mL) 80 80 B
1 aniline 121 120 3 70 O
2 o-toluidine 123 124 2 50 @)
3  2,4-dimethylaniline
4  2,6—dimethylaniline 8 8 2
5 o-anisidine 87 91 0 70 O
6  p—chloroaniline 86 94 4 70 O
7  2-methoxy—5—methylaniline 95 99 0 70 O
8  2,45-trimethylaniline 83 95 4 70 (@)
9  4-chloro—2—-methylaniline 80 96 4 70 (@)
10 1,4-phenylendiamine 11 10 0 - -
11 2,4-diaminotoluene 83 96 4 50 O
12 2,4-diaminoanisole 17 22 0 20 X
13 2-naphthylamine 71 82 2 70 O
14  2-methyl-5—nitroaniline 0 0 0 - -
15 4-aminobiphenyl 76 84 3 70 O
16  p—phenylazoaniline 0 0 0 - -
17  4,4-diaminodiphenylether 56 62 6 70 X
18  4,4-methylendianiline 59 65 0 70 X
19  benzidine 60 66 5 70 X
20 2-methyl-4—-(2-tolylazo)aniline 0 0 0 - -
21 4,4-diamino—3,3—dimethyldiphenylmethane 79 84 5 70 O
22 3,3-dimethylbenzidine 77 83 4 70 (@)
23  4,4-diaminodiphenylsulphyde 55 64 4 70 X
24 3,3-dichlorobenzidine 60 66 4 70 X
25 3,3—dichloro—4,4-dimethyldiphenylmethane 64 74 4 70 X
26  3,3-dimethoxybenzidine 88 85 6 70 O
BAERER
x5 HMEUEBRBHERER (RNIME10ug) (DB-35MS)
BV ECH) JISEE
No. ¥IE 4 (n=2) (%)
NaOH (%) 10 30 10 30
MTBE (mL) 80 80 90 90
1 aniline 121 111 119 120 70
2 o-toluidine 123 116 120 123 50
3 2,4-d?methy|anil?ne 81 79 80 82 _
4 2,6—-dimethylaniline
5 o—anisidine 87 85 88 89 70
6 p—chloroaniline 87 88 89 93 70
7  2-methoxy—5—-methylaniline 96 95 97 101 70
8  2,4,5—trimethylaniline 84 85 84 88 70
9  4-chloro—2-methylaniline 81 82 81 86 70
10 1,4-phenylendiamine 11 12 15 19 -
11 2,4-diaminotoluene 84 99 98 108 50
12 2,4—diaminoanisole 18 22 22 25 20
13 2-naphthylamine 1 72 72 74 70
14 2-methyl-5—nitroaniline 0 0 0 0 -
15 4—aminobiphenyl 76 81 82 89 70
16 p—phenylazoaniline 0 0 0 0 -
17 4,4-diaminodiphenylether 57 62 71 72 70
18 4,4-methylendianiline 59 65 72 73 70
19 benzidine 60 63 70 72 70
20 2-methyl-4-(2-tolylazo)aniline 0 0 0 0 -
21 4,4-diamino—3,3—dimethyldiphenylmethane 80 89 95 100 70
22 3,3-dimethylbenzidine 82 83 88 92 70
23 4,4-diaminodiphenylsulphyde 56 64 70 78 70
24 3,3—dichlorobenzidine 61 64 65 73 70
25 3,3—dichloro—4,4—dimethyldiphenylmethane 64 69 1 78 70
26 3,3—dimethoxybenzidine 88 98 106 113 70
BEERER
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*6 RETRERVEETRE

BRHTRE EETRE

= —
No naA #7hA ue/sg ue/sg
1 aniline 0.013 0.042
2  o-—toluidine 0.0065 0.022
3  2,4-dimethylaniline 0.0052 0.017
4 2,6-dimethylaniline 0.0041 0.014
5 o-—anisidine 0.0081 0.027
6  p—chloroaniline 0.0049 0.016
7  2-methoxy—5-methylaniline 0.0076 0.025
8  245-trimethylaniline SHRoWax 4 0045 0015
9  4-chloro—2-methylaniline 0.0048 0.016
10 1,4-phenylendiamine 0.084 0.28
11 2,4-diaminotoluene 0.016 0.053
12  2,4-diaminoanisole 0.023 0.076
13 2—-naphthylamine 0.012 0.041
14 2-methyl-5-nitroaniline 0.032 0.11
15  4-aminobiphenyl 0.012 0.041
16  p—phenylazoaniline 0.069 0.23
17  4,4-diaminodiphenylether 0.072 0.24
18 4,4-methylendianiline 0.066 0.22
19  benzidine 0.062 0.21
20  2-methyl-4—(2—tolylazo)aniline 0.032 0.11
21 4,4-diamino—3,3—dimethyldiphenylmethane DB-35MS 0.050 0.17
22  3,3—-dimethylbenzidine 0.041 0.14
23  4,4-diaminodiphenylsulphyde 0.14 0.46
24  3,3-dichlorobenzidine 0.038 0.13
25 3,3-dichloro—4,4—-dimethyldiphenylmethane 0.041 0.14
26  3,3—dimethoxybenzidine 0.093 0.31

4F&ED

SHERAME R STV VR 2 S e L7 i
EHTWT I VAL O 2175 7275, #RITKRO &
B TH-7
(1) ABHEAFTEIATY v FEE/SOVARFAT) v b

L AR BB L7z SVARATY v ML RS
HEL, HEELTHELTW,

(2) GCA 9 2 1%, DB-35MSIZ ¥ — 2 AR A3 5w i B 78
& o 7278, SHRtx-WaxZ Mal L7z & 2 A0 ERE %
IWEICBWTE =2 IR R RS RIFTH -
720 2HEDOGCH 7 ALATHET L LIZED, &TO
WEIZOWTERERHETE 2,

(3) KEEALF bV 7 ZKERDOWEE %10 %742 530 %I
WL, # I AMIZAMT AMTBED & 280 mLA* 590
mMLICEH L72E 25, [ISIRENRETOWHEIZS
W HAR I & 5 72 L7z

BE DR EIZDWTIE, 715 A TOWRE R OEIZE
JRIBRDREEEZ b D,

L1213, JISICED b T 5 HEE & 729 X 5 [l
HOMEEAIT) & & BT, ABTETHE S Wiz s sk 7
0~ b7 T 7HEC L BHERABLOTIS L 19403138 S
Tw 5 14-phenylendiamine (No.10)%% ug/gbl FREH X

132 MUBREREL> 2 —F8H

72355 DU IR % 17 > FERR 0 SRS B AR 12 1))
oM ZAEDDH I L L LT,

2)

3)

4)

X W
JE A 7B A PR - AT A R A A B M L W R
X E LA AL L ) B IR R
W7 I v RERT 27 VLG E &H T % RIEH#)
MEBLEH SR I2 D W, FAEMLFE062055107%, “FIK284E6 H
20H
JIS L 1940-1:201948AE B2 -7~ 0 32 B ok O 4558 55
B7 Iy oERGE
WA T, PRI T, ISR X, S5 REARE, T
W FrliR A EWE (7 VLS W] oMl
DOMEY, KRB e X & — 43, 457, 37-
41, 2017
WA RS, NMRFZ, KINE, FHHER 73
BHIHR T 22O 5 /IR T I v OG5 BT 5
MDA DRG], KB FE e 4 S AR 78 Ik 7841 i, 1
5, 85-92, 2017
EAREE, B RIS E TS T LA
HSROIFERFIRT I v ORI 2 W, fa
B T PRAEBRIE AT 2T i ik, 4275, 104-111, 2017



6) LZHERE RBEET, KA, AKIEE S5 &
BT I v aERT 57 bW K i o iRk
PATER B MeEs, T SRR SE AT IR, 41-43, 2017
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[EAZERZ]
R BLCIAE U7 M HAR B2 2 K A BT BHFHANDOX I I DOWT
(P21 ~ 304F)

Food Poisoning Cases Caused by Phytotoxins in Okayama Prefecture

HEDRNET-, R A S &, WHERISE, 130, K BEZR, RARIEF®
RS

NAMBA Junko, TSUTSUI Michiyo, IKEDA Kazumi, KANEKO Hidefumi, HAYASHI Takayoshi,
AKAKI Masaaki* (Food and Drug Chemical Research Section)

*Atmosphere Section

(s A5 FE)

g2 F

BB T R21 ~ S04EDT0MERNICTE L, Mt v & —Txbin L 728 oMYk AR5 X 2 fh e o 5 K 1,
O7 FBEYRPRAART IV, @Ya)y, VIV RUFXY A=Y THolzo ORI FFFavtry7H 7+ % &
Fi) & AL CTBREL2FPROF a vy 7H I+ 2 BMAOHFELERBELTRELLFHTH 572, QIEAD=F L
ML TCAS v OEEZBAL-HHITH o 720 OUI/NFROER THEF LIE L 72 RIHESUIRE L 72 Y x 74 T2 B2
BLZFHITH o7z, TN OHWMEEKREIC X 5 &P HR AR BN EIHIET 5 720, Ko7 ba ¥y R
AaART I VBN ) Y O—FHMEEBRE Lz, Ailig: s UClkyl»#sAaM L, Oasis PRIME HLBCTH# S %
AT RS L, EhaEssE R EOBAREIZ, XD RE RIS R & o 72

[F—T—F:7brpEy 2aR53I, VaYyy, vy, Fra=r]

[Key words : Atropine, Scopolamine, Lycorine, Solanine, Chaconine]

BIZOoWTHIET %,
T 7, ERMEY K-> TB ST, B, BA ISR -aW

1 EUBIC
REPPE E X8, WA RRA LTV RS TH Y,

[REK - HRORMIRETH D] L) 4 A—=TJITKL
T, W) BARAFEO M O B ST R, KEOEIUZ LD
BEVE R R TS & p R E (BhE) 2RET DY
WD Do ZOizd, EEFEE > O BIE, MW H R
X B PR AT EERE SN ST
HDENTWDLEZATHD, LAL, MPEHREICX
5 AL, SFE21 ~ 304E O 104E 12 4 [E T17614 %6 24
L, 780 NS R T 20 L OFER A Ff 2, JECEH 12 A1
FoTwd, FNE %2 Eo A BRI % VIR,
2Ly, VX HAE, FavkyT7THITFTHY, 203
R CH RO 150, BERO/TEZ o Tw7,
REIPE EH RS X 2 R alAs R A L6y, AR 2 i
HEORIRO7=D1, HRYEOREIFFICEELTH S,
F 72, APHEOFHO0, FINWE % R L 7z Rk
HRPER N Bk v & —Tid, KT E RIS X % A
BRI OFEARIE, HREHELZ BN E LT BHER
DM FERL T Do 4, BI04 RI R LN T
AL, Bk vy — TR L 7280 kWP F 2k 35 O WAt

DHRHGREL L % B2 FBI O AL, WiEWEERET 5720
W, R TR AN L2z Ri LB S § 5 AT
%o % 2T, LC-MS/MS TR S i TdH - 72D 7 b
QY RPAIRT I VLI, @Y a3 O3>
WC, RS L TR % v 72 [ R AL B % AR
L7zOTHETHET %,

2 FHik
21 KERUOEME
Wb 8o fiplId v SLC-MS/MS%
W Z FE R L 720
1) LC&fM
FEFIRRAE - B LC-20A ®WEZ 7YY YR
74

AL Q7 Pu¥yRUIAIRT IV

Sigma Aldrich # Discovery HS F5, 3 um,

150 x 2.1 mm
@)a)y, VS prFra=
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Waters# XTerra MS C18 35 um, 150 x
2.1 mm
# T KB 140 C
BEH - A (5 mmol/LEERE 7 > =7 2K
Bt (5 mmol/LEFfRT ¥ €= L X% ) —
VA
O 7 aEYRIRIAEFIIY, VT
YRUOFxa=y
AB=3070 (TA V2 FT4v7)
@Vay >
777y b&EME T A/B=285/150 min)—
50/50(3 min)—5/95(11-15 min)—
85/15(18-30 min)
BEHHME © 0.2 mL/min
AEHEAR 15 ul

2) MS/MS&tF

22

fE I BEAE  Applied Biosystems® API3200 QTrap

A% —7x—X:Turbo V source

A F 4t ESI positive

& — BRI AW 600 C

AFYATV—EHE O7 brE Y RPFZIXRT
> 4500 V
@)a)ry, ®VI=rs LD
F¥a2=> 5500 V

e E— F : MRMiE

WEA A+ v RUTRL

EfRAH 7 L

Oasis PRIME HLB 3 cc 60 mg (LM [PRIME

HLBJ &w19,)

Captiva EMR-Lipid (BL'F [EMR-Lipid] &\»9)

Sep-Pak Plus C18 (LLF [C18) & w9 ,)

Oasis MCX 500 mg 6 cc (BAF [MCX] &wv9,)

Oasis MAX 500 mg 6 cc (BLF TMAX] &wvw9o)

3 =4
31 ZHMOECRUVRARTIVICLZEHE
311 FREFRICEEIN-EFOBE

HEIA D FR21I4F9ALIH, BETHE LAy Yo
FFURy b (FFFFavkryTHIF) OEEEN
JICLCTBRAE L E 25, BRSO MBEERZ 2 L
720

FHIB : FR22E5H31H, HETHEN LAFav ks
THHFEHM S NP Z O TERELIZE A, 55
2 &R e, BElT, BILBORFOREREZ B L7z,

FHIC : FR224E12H21IH, MAETHEE ShTwi:
FavtkrT7HIFEHMINEHYOME TRY & L
THYZ, HAATBRELZEZS, ®F VRSO
JERZ 2 L7,

FHID : FHE304E6H22H, HETHIT L CwieFa
Ty T A LHEN S B R D2 & E R 22 N3 L RER
LTBELZLEZA, 5560 &R0, EikikEH %S ok
EEL7
3.1.2 SIEHERUEH

HHADFE WM F ¥ FFa vy THHTFTHD
2k, ifB, C, DOBEHEMEM I F a vy THHTATH
52N ENOT, F¥FFavty 7THH RO
FavkyTHAFCEINIEHERS THLT b
YRR ART I VOGN EIT o

HEIA: FFFFavkryTHITFDDOITHR W, ER
VL BBIR

HEIB : HETH L w20 s BEKR

FHEIC : AP S TRY & LTHEDY ZF 72h oM

FHID : BEFE LTHETHRE LTz 8k 2 il
DELIE

MLUCHBIADF FFF a vt s 7H A+ OR, FHHIBD
KLY DFE, FHICO R OB O FBID O kAl 2 Al D 5

%=1 MRMEIEA 7> (precursor ion > product ion)

=451 BERS EE HEsR
. 290.2 > 93.0
P == 2902 > 124.1
2902 > 77.0
A~D
o= 304.0 > 103.0
ARSIy 304.0 > 138.1
304.0 > 156.1
288.1 > 119.3
E.F yayy 288.1 > 147.1
288.1 > 91.1
G H V3= 868.5 > 98.3 868.5 > 398.5
' Fra=y 852.6 > 98.1 852.6 > 398.5

FEILEREFRE > 2 —FR



HERY o

313 BTE

W30 & D FEE Y 12ht > T - 726

314 #BR

ETOFBORE2ST7 PR EYRFZATRT I U
M EN/ze 7IREYRPTRIRT Iy ORE#ER (02

; ; I 2k 3

ug/mL) MEHEFIADHY DD 7 ux M 7T A& H21Z
Mol & #2128 9, HBIA ~ DO 217 e Y

v A550 ~ 240 pg/g, A IRTF I VA1 ~ 310 pg/ gkt
ENize FHIA BOBFEORNPS T buryrszhzh
0.041, 012 pg/mL, HFHBOEBEDRDH A TRT I VI8
0.005 ug/mLMH & 17z,

E1 #%{(FOER

A BBIADXSEFFa > THHADIR, B : EHIBOEYDE, C : EFICOMEMDIR, D : EHIDDIEY

1.6e5
1.5e5
1.4e5
1.3e5

ZAE M (0.2 ug/mL)

R & RISV
= 1.0e5
S 9.0e4
£ 8.0e4
= 7.0e4
6.0e4
5.0e4
4.0e4 |~|:|t°‘/
3% <« 7
1.0e4 |
00 1.0 2.0 3.0 4.0 5.0 6.0 7.0 8.0 9.0 10.0 11.0 12.0 13.0 14.0 15.0
Time, min
4.4e5
4.0e5
3,605 EHIA HEYMDE
2oee & RATIRFIY
2 24e5
% 2065
£ 81665
1.2e5 o
8004 A K FhkaEY
4.0e4
2.0e4
00 1.0 2.0 3.0 4.0 5.0 6.0 7.0 8.0 9.0 10.0 11.0 12.0 13.0 14.0 15.0
Time, min
2 7HrOECRUCZXAKRIIOMRMZOY T T4
xR2 F7hOEY, ROAKRT I OKHEE
h_% :ug/e, FBEIR :pg/mL
=45 A
ERLS D(FH it E3 x BER
FkaEy 240 210 190 110 0.12
AARTIY 240 250 68 190 0.005
B :ug/e BBEFR :pg/mL
e B C D
E3 -1 -2 £HR Jic) E3 *
7oy 77 83 0.041 130 50 111
AIRIZY| 160 90 < 0.005 310 61 290
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315 EE

Favery7HHFEFARFa vy THHFIET
DY, FF¥FFavr T EFARF TS FFa vk
VTHHFECTH D, FavkyTHAFIRITEREL
WBEERTEMEDEED), ¥ 5 FFavr 7H 0%
BIEEARIIIEAT, THEOEEDIT L, & HITHBK
FORANYTLVABAL FOT7 PR E YRR IRT 3
Ya A, BT 5 LI, EEALEOK, kR, O
e, U, RREE, BIREGOERZE BT 57, HIZ20g FEE
THHRICETIHE LD LI LML T B,

HHEIATIE, 7 MO E Y RFATRS I Uk & n:
TEIIMAT, BHOBELBRE LMY AF T FF a7
U THAFREBEMLTBY, BHEOREIRD U
JERIC—H L T2 s, F¥FFav s 7H 44
VBEHTHAPMHRT A ERBELZEIZEDE
HhE L e Sz,

HHIB, C, DTIE, 7 PO ¥ Y RUTATRT I VK
ENFZ LT, BAOWEL R LM AF a2
LUy THAFBEFEMLCTEY, BEOREIRD U ETTH
ERIZ—FH L T2 eh b, Favbry7TH T+ 2R
THELZ LIk 2aEhEEES NI, Favty
THHFORITTRY &, FHERODIZAIEA 7 T L,
BEOUANA YR T Vo NEE o~ s ney
WZEAHE SN TWRY, BRI (7 ~9H) 2F 3
TRy THHFERETHEIESTH LY, FHHIB, C,
D& L ICHFIAHE Z o 72BN TE 5§, AL
b LBbhd, Tz FHICIIEFEEN TR L LT
MATHLBEEGEST2F a7y 7T+ ORI
WeoTBY, FHHERCBALAFICL2EH2ED
POMERPATHTHo2bDLBbh s,

TrRYEYRPRAIRT I VL8P0 HZH 720
W2, COE) RHEFANBELTWD 2L E2ERICHMD
L, ERAEY & B 050 ) R Rk LA
WOV CONEHRE, BEAMHT 2% L LTI #ErD
HRBITERE L TW SEPEELEZ N5,

32 YauritkaserhE
321 REFFICEHEIN-EFHOBE

FHIE : F27TE2H24H, HEEICHAL TWz A
Ay LN SN BHE =T LR L T, Ba L7
LZA, EHOIERE 2 L7z,

FHIF : FK29FE4H5H, BERECICHAEL TWAER
Ay LN SN B M E =T LR L T, Ba L7z
LA, EHOIERE 2 L7z,

322 AMAEERUEHB

138 MEUEREFREL> 2 -F®

HBIE, FORKFEmA, A4 €2 ThsH I EMHENSR
72DT, AL VIZEENDLEHEITH B ) A Dy
Mr&AT - 720

FHIE, F: HBECICHEL TW/ =T LR L 724
/]

FI3IZHHBIE, FORM DG EEZ IR,

323 9WEE
WIS D FE (25> TIT 5 720
3.24 #HER

HEIE, FEHIT, BEELICHELTW =5 L #FL
TR A5 ) ) YA E Nz, ) 3 v OFEE R (0.01
ng/mL) R N RFIEOHY OED 7 ux b7 T 5% K4
R, BHEIZREBIED130 png/g, FHIFA1600 pg/gT
Hol,

325 E®E

24N, A UNFRAL VB TH D, HERS
DT NVHABAL RO 3 ¥ xfmdh, BAT S LA, Wi,
PR SOREIRE BT %, 2~ 3 gBE L2275 TH3045 L
WIHEERZ R $ 2 LA S hTB Y, St
10gTH 2%, 24 o) a1) 213200 pg/gfiE & #H
BHENTWVAEY, SHOMEIE, MEEE Y L EVEIZ %
72285, Sl R, RO ENIC L A b o LHEll SR
5o

HEIE, FCIt, Va) vyl sh7z2 L ama<, &
o= L@z WS A4 £y EHEULTBY, BF%
OIER D BFEAPHFIERIC—H L T2 end, 24+
VKX BEPEHEEWESNZ, AL EVOERZ=TR/
Ek, I AFERBINRT VI L HE SN
T2y, ARG LS Y =20 L9 Rl
(Z98) BH2H, A4 £y ORVIEIEL FHHWY, 24
OB (11 ~4HoMTHEEICE Y RLS) 12
A4 =T OXNIHESTH L0, FHE FL bl
FBIASE Z o 22D RN THE 5T, L2 b D&
Bbhs,

V) ICEBEPEEN DI, 7T oY YR
ZaRT I VL HAEPEEFRICERICEmL, T,
OB TEFE L TWL T EPREHEEEZ 5b,

33 VYIZURUVFvAZUILLBBPE
331 REMICEHEINAEFOBRE

HHIG : FR224E2H19H, MFEROEEZZFET2HIHIZI
LYy A E22H19H IR IfT V- T T
L7 Zh, BhioiEkE 217,

FHIHFR2THEIAI0H, NAROBETIHEL 72 %
HAEZENT DI ERLK2EMNT ¥y TRE L2



%, FEBRELZD, I Tobor AL THRA
L7z 2, R4 ORER%E 5 L7z,
3.3.2 AIEBRUER

HHIG HED WXV Y A B IR INLATESTH 5
VIV ROF Y A OEEROSTEIT 572,
FHIG: DOV A ER PO T/Y v A E

FHH: EOY ¥ A EROBEKRTHLE LD Y
HAEDK

HISIZHGIG, HO Y v 4 EDBEAZRT,

333 SHEE
VIS D FEY 12t > TiT 5 720
334 R

VXTAERDHERNEY T =Y T v A= hE
WEICRIN SN, VIV ROy 3=y oFEHES (2
ug/mL) ROHFIGORKAY ¥ FA4EDO 7O N7 T
L &6, M 2 3R TV T = V9331 ~590 ug/g,

X3 #®IFDEER
E : EFIEQEYMDE, F : EFIFDIEY

8686

5500
5000
4500
4000
3500
3000
2500
2000
1500
1000
500

Intensity, cps

Z#S (0.01 ug/mL)

«— 3z

.0 _. 6.0
Time, min

7.0 8.0 9.0 10.0 11.0

9000
8000
7000
6000
5000
4000
3000
2000
1000

Intensity, cps

EHIE HEMDE

e Yauv

500
0

1.0 2.0 3.0 4.0 5.0
Time, min

6.0 7.0 8.0 9.0 10.0 11.0

K4 YaAYZOMRMZ7AY T T L4

X5 #®FEDEE
G:EHGHY v HAE H: EFHDOY v HAE
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F ¥ 3= HM0 ~ 460 pg/gih EN7z. Vv M4 EITK
EEHPR~PFREDO LD LY H/NE RBEFD T A
AEL, £, L0 L EO S PMIBMEDE 2> 720
335 EE

VX HAEIE FARFRABTH L, HHRGTO TNV
a7 AaAL ROV =V BT ¥ a= i, Ahiate
CFIEEDRERTIE RV, LK TY ¥ A EBIZHETLTW
Bo AL, BHFMOGREEBLIZEOTIZNE, Vvis
VROFxa = UEE LD LELEEINTBY, 20
GERYBEPTICERTLE) 2L, BhHzeil&ie
THEREZ>TWE, KEDYVIF=ZVRIFYa=r%&
BREr§ 5 LR, R, MR, HEZ, BhiE HUG, REkREE,
FAE, RS OREIRE B L, BEASAIRIEICED,
T A EOWEIREEKRTIE, 100 gdb 720 P 75 mgd

VIZVRPFYA=ZVEFZATED, €09 b 3~ 8%
BEORBIZH D L bl Twb, —F, Ky o Thk
W2 L2 o4 % 100 g 720 100 mgll Loy 5 =
VRUOFXY AV EEATVSLEVDRTWS, $72, 3
RHDONTEHFICH VT REF v A= S LA
FNzY, WATIEY 5= D50 mghBATHEL RS
TIEAMSRTVAY,

S OHEBIO X 9 \NFAL O KR THEE LIE L 7
Ty A ERBRAELTEPHEELRITHONIG LM%
W R B I, 3 & RIS E R L 72
VA BRAERBNI L, FITHRLZTHL 2 LK
BTEEZONDL 5, WHE, /A7, % SR CoE
HEY ZFMLTWL S ERREEEZ LN,

838
5.5e5 BEER (2 pg/mL)
5.0e5
, 45e5
S 4.0e5
2 3565 5
2 3.0e5 Yaz—>
5 == y’d
£ 25e5 =
£ 2_0:5 VIV N
1.5e5
1.0e5
5.0e4 l
0.0 10 20 30 40 50 60 70 80 90 100 110 120 130 140 150 160 170
4.4e6
4,06 e o g
3.6¢6 FHIG KA YHAE
» 3.2e6
& 28e6
,.g’ 2.4¢6 F
S 2.0e6 a2
S 1666 A =R SN &
1.2¢6
8.0e5
40e5 J\
0.0 10 20 30 40 50 60 70 80 90 100 110 120 130 140 150 160 17.0
Time, min
6 VIZURUF+IAZLOMRMYZOY NI T LA
xR3 THHAEHROVS L, FrAZLDIEHE
£ G
BB AL BEE BER 5 BEK
1KEE RE KB |FERERE| BE
INEIR R 4 4 4 P Ti=
o= 590 410 280 250
Fyya=2 430 330 170 230
ug/g
=45 H
RES X | IN(REEFR) |
BRI g B g5 4 g )i i
INEVIK R & & & & & & L1
VI 31 120 36 66 110 300 190
Fra=2 40 220 45 100 130 460 230

140
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4 BEBAFO7 FOECRGZAAKRT I A
G aY) > O—FEDORE
41 HIMIEEHEODRET

FHE, H PR AN S 72100 mL (M4 580.7
g EHW22 g) #GF/BA#E VTG A#E L, KK
ZMACTIERELIZI00 mLE L7ze 22251 mLZE45HL,
A% 7 — )V TIEfEIZI0 mL& L7z,

FUI X & ) —V/~NFH B EREM Y T LB WE L
Too AZ = /NFHVEIL, FREORXAY - ER
Y 7 = VI F 2 ZEEEE R 201 ngiiin L TRMET L
72 AY 7 —=)VEORIEIZT T ¥ 9399 %, A 3K
53 UH100 %KY T YA110 %TH - 720

A1 # 5 2 1%, PRIME HLB, EMR-Lipid, C18, MCX %
OMAXZ v, B 5 201 ugi®in L CTHME Lze 4eft
Je O R % RAUR T, BUERIZPRIME HLB (A H &1
I ROT) , MCX (EH&HAT) RUMAX GEHE&MET)
THRIFZRHERTH o720 72, MAXEMCX % MAX7ZS L

X% 5 X9 EMEL (BT [#EfEA T L] Lwvnd,) |
FEA T DHEREE 2 BT L X 7 ) — VR A 722 ICMAX
ZED AL, MCX%K3 mLTHk#E#, SENTHEBLE
LA, 3WEEDBICI0 %DOEINERTH ), Rif iR T
Holz,

BRI 2 T mIGRER 2 17V, ko ik %
fTo7z0 M RURREEFSRT, ETOFEMNETRIFS
KD S NS, A ¥ ) — I/ NFH VRO B DAL
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¥ 352.01 23.70 | 12.96 | 82.83 1340.35 | 14.43 | 17.48  4.76 | 19.33 | 15.07 | 5.26 1.33 | 39.17  1.40 | 0.80 | 4.60 0.00 6.00
13 22.57 | 0.26 | 0.19 | 0.87 5.72 | 0.37 0.13 1 0.04| 0.35 - 0.11 = 0.17 0.58 - - - - -
218 25.31 1 0.30 | 0.26 | 1.37 5.50 | 0.11 0.13 | 0.02 0.31 0.02 — — 0.42 - - 0.20 - -
33 42.96 © 0.24 | 0.24 | 1.61 6.44 | 0.11 0.22 — 0.22 0.02 | 0.06 | 0.17 0.17 - - - - -
43 40.87 | 0.31 | 0.17 | 1.94 6.35 | 0.09 | 0.09 — 0.30 - 0.04 - 0.25  0.20 - 0.40 - -
51 42.71 0 0.22 1 0.13 | 2.09 6.22 | 0.17 0.15 0.04 | 0.33 - 0.13 - 0.75 — — — - -
638 42.31 | 0.07  0.19  2.20 5.85  0.15 0.20 0.04 0.17 - 0.09 — 042 — — — - 0.20
T 35.06 | 0.22 | 0.22 | 2.20 5.09 | 0.07 0.09 — 0.28 — 0.09 - 0.17 — — — - 0.40
81l 26.55 | 0.07 | 0.13 | 2.07 6.72 | 0.02 0.06 | 0.04 0.31 — 0.04 @ 0.08 0.50 — — — - 0.20
93 21.60  0.06  0.09  2.24 7.15| 0.20  0.13 | 0.02 0.28 — 0.13 — 0.17 1 0.20 — — - 0.20
1038 13.87 © 0.15 0.17 | 2.30 7.22 1 0.30  0.07 | 0.02 0.30  0.02 | 0.06 - 0.33 - — — - 0.20
1138 9.69 0.11 | 0.17 | 2.31 6.69 | 0.20 | 0.04  0.04 0.24  0.02| 0.07 | 0.08 | 0.58 - — 0.20 - 0.60
123 5.54  0.04 0.19| 1.85 6.28 | 0.33 0.04 | 0.02 0.30  0.02 | 0.17 | 0.08 | 0.75 - — - - 1.00
133 3.63 0.04 0.19| 1.06 5.83 | 0.35 0.11 1 0.06 | 0.17 0.02 | 0.06  0.08 | 0.75 - — 0.20 - —
1438 1.56 | 0.06  0.13| 0.94 5.81 0.52 | 0.07 @ 0.06 0.26 0.04 | 0.07 | — 0.33 | — — - - 0.20
151 0.80 ' 0.07 | 0.20 1.44 6.46 | 0.37 0.02 | 0.02 0.54 — 0.07 - 0.50 - — - - 0.40
1618 0.79 = 0.07 | 0.11 1.78 7.31 0.39 0.04 | 0.06 0.52 0.06 | 0.06 | 0.25 0.33 - — - - 0.40
1714 0.57 © 0.06 | 0.24 | 2.17 8.19 | 0.59 0.09 | 0.13 0.46 0.07 | 0.09 - 0.42 - — - - 0.20
183 0.18  0.02 | 0.17 | 1.20 6.31 | 0.46 0.28 | 0.07 0.31 0.15 | 0.04 — 0.33 - — - - 0.80
1938 0.32 0.04 | 0.35 | 2.19 8.28 | 0.67 0.35 | 0.15 0.52 0.15 ] 0.13 - 0.67 - 0.20 - - 0.20
2038 0.19  0.06 | 0.35 | 2.43 9.87 | 0.44 | 0.35 | 0.15 0.44 0.13 | 0.11 — 1.08 - - - - -
2138 0.05 0.17 | 0.33 | 2.02 9.24 | 0.46 0.22 | 0.06 0.61 0.30 | 0.15 | 0.17 1.50 | 0.20 - - - 0.20
2238 0.11 | 0.07 ' 0.56 | 2.30 | 10.11 0.24 | 0.35 | 0.19 0.57 0.19 | 0.06 | 0.08 1.58 | — - 0.20 - 0.40
233 - 0.07 | 0.59 | 2.07 8.50 | 0.37 0.31 | 0.22 0.48 0.44 | 0.13 - 1.00 - - - - —
243 0.01 0.09 | 0.46 1.96 8.59 | 0.15 0.26 | 0.06 0.46 0.59 | 0.11 - 0.92 - - 0.20 - -
253 0.11 © 0.11 | 0.44  1.98 8.28 | 0.24 | 0.26 | 0.20 0.46 0.59 | 0.11 - 0.33 - - - - —
26 0.02  0.07 | 0.43 | 1.63 7.80 | 0.22 0.41 | 0.19 0.65 0.69 | 0.19 - 0.92 - - - - -
273 - 0.04  0.30 | 1.26 6.48 | 0.17 0.31 | 0.19 0.56 0.61 | 0.22 - 0.50 - - - - —
283 - 0.20  0.39 | 1.26 6.35 | 0.26 0.74 | 0.33 0.44 0.81 | 0.13 | 0.08 0.42 - - 0.20 - -
29 - 0.24  0.22 | 1.26 6.11 | 0.20 0.70 | 0.11 0.22 0.81 ] 0.13 - 0.50 - - 0.20 - —
30 - 0.39 | 0.28 1.06 5.96 | 0.13 | 0.43 | 0.06 0.39 0.59 | 0.17 - 0.42 | — - — - -
31 - 1.06 = 0.37 | 0.67 6.26 | 0.28 0.41 | 0.04 0.43 0.70 | 0.09 - 0.75 - - 0.20 - —
321 - 0.94  0.20 1.19 5.81 0.11 0.30 | 0.19 0.44 0.78 | 0.11 - 0.92 - - - - -
333 - 1.17 | 0.43 | 0.93 4.81 | 0.15 0.20 | 0.09 0.35  0.63 | 0.15 - 0.67 - - 0.20 - —
343 - 1.31 | 0.28 | 1.06 5.81 | 0.13 0.41 | 0.17 0.48 0.63 | 0.07 - 1.25 - - - - 0.20
353 0.20  2.20 | 0.13 | 1.09 4.70 | 0.17 0.41 | 0.09 0.50  0.87 | 0.07 - 1.00 | 0.20 - 0.20 - 0.20
363 0.15 1.76 | 0.13 | 0.96 4.33 | 0.24 0.65 | 0.09 0.31 0.67 | 0.13 - 1.08 | 0.20 — - - -
371 0.07  2.31 | 0.22 1.15 5.44 | 0.26 0.50 | 0.13 0.39 0.67 | 0.13 - 0.75 - - - - -
381 0.07 | 2.07 | 0.11 0.70 4.89 | 0.44 | 0.76 — 0.30 0.43 | 0.15 - 1.08 | — - - - -
3931 0.04 1.41 0.15 | 0.67 4.22 1 0.31 0.54 | 0.07 0.24 0.54 | 0.17 - 0.50 - - 0.20 - -
4038 0.01 ' 0.91 | 0.20 0.94 4.76 | 0.28 0.70 | 0.09 0.26 | 0.57 | 0.11 - 0.67 = 0.20 - 0.20 - -
4134 0.05  0.72 | 0.13 | 0.87 4.13 | 0.35 | 0.50 | 0.04 0.22 0.48 | 0.09 - 1.08 - - 0.20 - -
4238 0.17  0.78 | 0.20 | 0.89 4.02 | 0.19 | 0.46 — 0.44 0.43 | 0.15 - 1.33 - - 0.20 - -
4338 0.15  0.54 | 0.28 | 1.07 3.94 1 0.35 0.41 | 0.07 0.35 0.30 | 0.13 - 0.92  0.20 | 0.20 - - -
4438 0.17  0.20 | 0.19 | 1.39 4.44 | 0.22 0.39  0.06 | 0.22 0.20 | 0.06 - 1.42 - - - - -
4518 0.30  0.31 | 0.22 | 2.07 4.46 | 0.20 | 0.65 | 0.13 0.48 0.09 | 0.11 - 1.50 - - 0.20 - -
4638 0.23 | 0.26  0.13 2.15 5.44 | 0.44 0.72 | 0.11 0.50 0.15] 0.11  — 142 — - - - -
AT 0.39  0.28 | 0.28 1.76 5.17 | 0.17 0.63 | 0.15 0.35 0.06 | 0.09 - 0.58 - - - - -
483 0.71 0.24 | 0.28 1.63 6.98 | 0.37 0.61 | 0.06 0.33 0.19 | 0.06 - 1.67 - 0.20 - - -
4938 1.17 0 0.22 | 0.15| 2.13 7.69  0.41 0.69 @ 0.17 0.33 0.07 | 0.11 | 0.08 0.92 - - 0.20 - -
503 1.50 | 0.31  0.35| 2.37 8.56 | 0.24 | 0.44 | 0.24  0.33 0.17 | 0.13 - 0.67 - - 0.60 - -
5138 3.48  0.37 | 0.44 | 2.48 | 10.91 @ 0.37 0.35 | 0.15 0.44 0.09 — - 0.67 - 0.20 | 0.40 - —
523 5.80 0.39 | 0.22 | 1.59 ] 12.81 @ 0.37 0.09 | 0.09 0.15 0.04 | 0.04 — 0.75 — — — — —
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At FE 2% i 3 10 8%

MEDUVRGR 12 X 5 Yersinia pseudotuberculosisiE&Geie D5 H IR AS
(19994F-~ 20164F)
gV, PR, REAEYR

Yersinia pseudotuberculosis E&YIE O FE AR % 4TI
T 5720, FINEREESL 44 (1,308 k) DI
IZDOWT, Y. pseudotuberculosis MIEREL ~ 60D % B AP
JEZ S B Puiili 2 52 L7ze ZOfEH, 98 % (150 %)
VAR O MGG R0 L CHERBE (=21:160) &%,
Z D) HIERES 75424 (429 %) THbZh o7 V.
pseudotuberculosis HMER ML & 758 S 72BN BV
TlE, 16%9413% (813 %) 725, F 7z, BREIOARN LK

92(3).

353-357, 2018

WAV HE S 7236l D B E6 5% (833 %) 2SPufkMs
P2, Btz R U7huko M i i3 & F6 o 55 HEw
DIMER L —F U7z PukRB S, NEERERE 2L
72REBEZ V=7 (109 %) W, Y. pseudotuberculosis
EREE DO BHEFEDO 7V —T (185 %) 12% < (p<0.01),
PR OB IZHAT R, AEEPEALEE, W, B4
DREIRR, RIEWIERE R LK - PR EOMEH OH
ERHEEIE P> 72 (p<0.025 ~ p<0.005)
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Legionella pneumophila and Other Legionella Species Isolated from
Legionellosis Patients in Japan between 2008 and 2016.

Junko Amemura-Maekawa, Fumiaki Kura, Kyoko Chida, Hitomi Ohya, Jun-ichi Kanatani, Junko Isobe, Shinobu
Tanaka, Hiroshi Nakajima, Takahiro Hiratsuka, Shuji Yoshino, Miho Sakata, Miyo Murai, Makoto Ohnishi,
Working Group for Legionella in Japan.

Applied Environmental Microbiology, 84(18), 2018

The Legionella Reference Center in Japan collected
427 Legionella clinical isolates between 2008 and 2016,
including 7 representative isolates from corresponding
outbreaks. The collection included 419 Legionella
pneumophila isolates, of which 372 belonged to
serogroup 1 (SG1) (87%) and the others belonged to SG2
to SG15 except for SG7 and SG11, and 8 isolates of other
Legionella species (Legionella bozemanae, Legionella
dumoffii, Legionella feeleii, Legionella longbeachae,
Legionella londiniensts, and Legionella rubrilucens). L.
pneumophila isolates were genotyped by sequence-
based typing (SBT) and represented 187 sequence types
(STs), of which 126 occurred in a single isolate (index
of discrimination of 0.984). These STs were analyzed
using minimum spanning tree analysis, resulting in

the formation of 18 groups. The pattern of overall ST

164 FEILIEREFREL> 2 —F®

distribution among L. preumophila isolates was diverse.
In particular, some STs were frequently isolated and
were suggested to be related to the infection sources.
The major STs were ST23 (35 isolates), ST120 (20
isolates), and ST138 (16 isolates). ST23 was the most
prevalent and most causative ST for outbreaks in
Japan and Europe. ST138 has been observed only in
Japan, where it has caused small-scale outbreaks; 81% of
those strains (13 isolates) were suspected or confirmed
to infect humans through bath water sources. On the
other hand, 11 ST23 strains (31%) and 5 ST120 strains
(25%) were suspected or confirmed to infect humans
through bath water. These findings suggest that some
ST strains frequently cause legionellosis in Japan and

are found under different environmental conditions.
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Detection of influenza A(H3N2) viruses exhibiting reduced susceptibility to the
novel cap-dependent endonuclease inhibitor baloxavir in Japan, December 2018

Emi Takashita, Chiharu Kawakami, Hiroko Morita, Rie Ogawa, Seiichiro Fujisaki, Masayuki Shirakura, Hideka
Miura, Kazuya Nakamura, Noriko Kishida, Tomoko Kuwahara, Keiko Mitamura, Takashi Abe, Masataka

Ichikawa, Masahiko Yamazaki, Shinji Watanabe, Takato Odagiri, and on behalf of the Influenza Virus

Surveillance Group of Japan

Eurosurveillance, 24(3), pii=1800698, 2019

The novel cap-dependent endonuclease inhibitor
baloxavir marboxil was approved for the treatment of
influenza virus infection in Japan in February 2018. Two
influenza A(H3NZ2) viruses carrying an I38T substitution

in the polymerase acidic subunit (PA) were detected

168  FEILEREFREL> 2 —F®

in baloxavir-treated children in December 2018. This
mutation is known to confer reduced susceptibility to
baloxavir, and the two mutant viruses exhibited 76- and

120-fold reduced susceptibility to baloxavir.
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FRPURE 71y 712 B0 B i B R EGIE O 98 FAK O FFAT T3 K O
HHLY AT 2 DORESED 720 O3 CERE304F )

FYRRIED], AL, RS, A

on, g oAl

(AT @R 7E B Al Bh & BB - PBUESE ) OF 7 B B BOR R JE T 58)
FLih R IEGE O AR DR FIE K AL S X 7 2 DORED 720 O
PHE304F B #E - FE T, 81-111, 2019

F HOR B GE O IR IR A5 A L 72356, 5o
HEMOBEEZ S 2T 5720120, FF60 iRk
DIy FIEFIRITRERAG 2 I L, e AR Bk o LK -
FRNTZAT) SEEHE R D, F/2, 135 NI E AR
WETFT—IR=—2THI L EBELE LD, TOB, H
Tits AR ge T (HETHE) 239EHE U 7200 72 - AT 4 R &
TS 2T 720, KhxEEINCB T 25T
P IR Tk O BN HE R R Ml e AT RE )T & & b I TIRAT
FEEE D 1R) EAZ X 2 K5 BE A BRI O AL AN W R 2> D
b, 22C, mETT Y 2 NONEEE NGRS, B
Mk kBB (EHEC) O157Ri# % ] \» 721S-printing
VAT 4 — )V FFIVEKIKE B (PFGE
) K U'multiple-locus variable-number tandem-repeat
analysis (MLVA®E) X AMEEM2HE_L 72 Z0
Rk, 3L A O TR R H O, —&B
DWERE TIIHE R E T ET 2B OB - TRPLE
Libhiz, F72, MLVAZE TR, Kitiak T oA
WoOMA D201, R LIEOFEM 2V — AL -

System,

FEILEREFRE > 2 —FR

LS EEE & Bbh /e MLVAEZEA LT % i
I TH 2205, HINET T Y 7128 5 MAEREE
BAH 05811, 2EN 2% KPS N AMLVALE
B AR AT AR ICH LCo, MLVAE AR S H
MRS, HABRORBN R EE RO LGS LR L %
Z bz,

SERES0AEFE S U E T vy 7 TFAE LZEHECIC & 5
EGEREBN DN T, 53 TR RS R R0 92 21 i & ISR
U, T A 5708 24 R R S A B S i o I, O A 57 1) 4 [ S -
AT AR R A AR 22 AR © T E304F6 H 29 H IS s 1 &
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HEHFICHET H2REICOVT] KDV AN ER S
THEHRUE > A 7 2 (NESFD) OZEOMLVAE#HRD 3%
E LGS A L7268, F—OMLVARRFH—o0
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LN ARET AT UANVA - T TU—FPEETH 5,
HIH DO ARWIEIEDFAE T, % DM IEENTET (DT,
WP 25, EaHRE OIAIM R MAZ ER/RL T2
CENHLRIIENTZ, HFA Y P77 DI LD,
v P ROESERTVES TR KIBWEK. AN
77 —HRIZO W TEAM PRI 2 A L7, 48 (2018
) SEERRE S, YV ESR I L TIE, 2015 ~
2018 4E\ZrHE S 7z e b HISK 14250k 5740k (40.3%) .
T OVEE i 1 R4330k H 03881k (89.6%) HEAS, 18FIH 1
AL 2 R U 7ze AR RO PEERIZIZIZFEER T ®
D, BEOHADIRRERK L TwEEEZ LN, £
AN PERBUZ OV TIE, & N R ORI & b 1235
A% <L 62 H10ANC I 2 /R $ & EmER D, & b
HERR 2258k, £ B SR PR 361K EE D B 7z, 2015
~ 20184FE 53 DV E £ T RO W THLEFL B o 7
BRIENT 2 AT o 72 & A, Fih R PR L iE 250 o figk Pk
AN IEE T 5 585 DL WAL N ENUTIFEA 2 2 b 72
B 5, & b HRERIC I T I I R R 7 T
AR DO BNz T,  FHERKEO ) LEEGLD D
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