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Component Analysis of PM2.5 in Okayama Prefecture

HRERREE, MERER, ELEN, ¥ K, BiEl, BE ECREERD
Atsurou Nakano, Ryouta Mano, Maho Kita, Shigeru Nomura,

Tatsuya Nobumori, Hiroshi Takano (Atmosphere Section)
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NOAA HYSPLIT MODEL
Backward trajectories ending at 0300 UTC 16 Apr 14
GDAS Meteorological Data

NOAA HYSPLIT MODEL
Backward trajectories ending at 2100 UTC 16 Apr 14
GDAS Meteorological Data
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Component Analysis of PM2.5 in Okayama Prefecture (No.2)

RERREE, MERER, ELEN, ¥ K, B, BE ECREERD
Atsurou Nakano, Ryouta Mano, Maho Kita, Shigeru Nomura,

Tatsuya Nobumori, Hiroshi Takano (Atmosphere Section)
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Acid rain survey result in Okayama Prefecture in 2014
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PR 26 4EFEC BT B KA A o> pH A 0%
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L 7=k 23 4R B L AR o T 2 7R LT\ 72 Y, nss-
Ca 13 -8R T, B UA RO THPEN 2 EICHkK
THHSTHY, BYERZ PRS2 EEH2 Y, Lo
T, P26 SEEOIEFBATIC BT S pH A
EERICHS, BWERO 12 & LT, nss-Ca’ i)
BEWZ EDEZ BN,

T/, FAKFREIEITBIT S CI/Na’ R O
Mg®/Na" B2 RT. 25 DI % KK D
MWL LRI L2222 A, FEERICHET A CI/Na i
M, Mg*/Na' i e OIS H B AT B 5 Cl/
Na® R EE AL MRALK & HTH - 7225, BT
BB Mg /Na" i KRLRE & 0 b 2 5D B
WIHTH oo 2O END, EERICBIT S CL
Mg® B OIS BTN B 5 CU 3R TH 5 &

X 7225, LB BT 5 BRI IR 2k
DM HEFIhTnwb EEZ BNz,

x4 SWEWAICET S CI/Na
Mg®/Na" iEFEtt

CI'/Na" Mg*/Na*
EXF5] 1.14 0.26
HESBFHE  1.30 0.61
KA Rk 1.18 0.23
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Study on the development of analysis method of chemical substances at the time of

water quality accidents

— Study of oil type analysis method of animal and vegetable oils and fats —

WL, #r FOK, HREA, A & OKEFRD
Toyohiro Urayama, Kazuhiro Atarashi, Takuya Nakano, Jun Yamamoto
(Water Section)
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Bt ¥ ¥ —Tid GC/MS 2 W72l 217 - TW B 2%, M2 K€ T & N3 b hTwiz7zo, BE
DR X F VT 27V O53HTEZ W L CERE IR O MM 2 FE T 5 720 OkE 217, GC/MS TllE S
% NENiEE A F v 2 2 7OV ORGSR LA & B PRI O MBE 2 & AR EHEE 5 5 2 L ATTRE L o 720

[(F—7—F : B ambes, whfEsdr, KE, GC/MS]
[Key words : Animal and vegetable oils and fats, Oil type analysis, Water quality, GC/MS]
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RN 7Y Ly MtE DB-5MS+DG
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A LR 250C

EATT ATV v ML A

AR lul

FxXYTHA ~Ywh ImL/min CEHiE)
AVh=-72-Am kg 240C
A4 VIR 210C
A+ VALEIE  70eV
BHE—F  SCAN
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2.3 HiREHE

WYHTCYERL LT\ B AR AT (AR B BEHEVESE TR 12
HOE, TRRAHEONZ@O% @A L7,

ONFH VAR oA 2 BIcgeailLTwb

Hefk)

WRE S % 10mg 7B, ~FH & AT 10mL
WZAEZE (#1000 f5AHGE) L7z 2 OO —HB (100 u
L) #5 L, ~FFrE2HTHRQ0mlIER,
10 I fEARG) L, GC/MS stk & L7z
@O~F L GBS R TE 2w, WEOA%E

ST E R WIE)

Motk % ¥ — A L7, —# (1 ~ 10mL) % B
WAL, ~NF4 v ImL #02 CTIRE DML, GC/
MS Ml # k& L7z,

BB, LEIILL, ANFH RO —EB % 5 E LA
FHTHMRLE L D% GC/MS HIERKFE L7z,

3 &REHER
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Warzua< 77 20N EN50, Bikorax 7
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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 Veterinary Drugs —

L, B AR, HhERAA, AR

5 OREFL)

Toyohiro Urayama, Kazuhiro Atarashi, Takuya Nakano, Jun Yamamoto
(Water Section)

=

=
=]

B HESE N TH 5 EWPTRA OV 7 7 # 27 WRHIZOWT, KERE O SIEEFRIKESATE 2 RE Lz, R~ —
ARUAHEAH T L7222 7 2 =V THEML, NEMEDOE — 7 BIRBTE LTIy =T 2505 7 L2 E2RE L,
Wh7ax NI 75 v FAERGHETHONT A LT, 26 WHIZOWTHI T RMEAY 36 ~ 27 ng/L O &EIKE %
IINTEDBHIE T & 720 K B DMK & 72 MNE PGRER O [ 1L, 22 73 ~ 107%, 58 ~ 103% TH - 72,

[(F—7—F @HEEN, Yrv7r#H, KE LC/MS]
[Key words : Veterinary Drugs, Sulfonamides, Water quality, LC/MS]

1 [FUIC

BRI EREME, REAFZHRRTERDNLF 572
DIZHAVOLNTWAEERNTHY, T2, —HIT A
FAVSENTWEEGTDH Y, THHIFHKER TKER
WUTHEBEPICHHR SN TWE I e EZ 5N,
SEHSIZBER Y T B W THAKREY o B R 5
DL G L7225, Ehziol L CEREKh oB)
YHIEEGTH BV 7 7 H O 2T WEIZOWTHHE
ZHRET L, 26 WHE O &R ERKEGHTERTE L7z 0 T,
T %o

2 EBRFE
2.1 1REYE

KA E 2R VIR . MR TR, B &A%
W LC/MS Mix 1 I2HE N2 27 WEICO W THGE
TRy A
22
By SR A BT LC/MS Mix 1 ¢

RIS T3 (4% 20 u g/mL)
ANT 7 A RFHF = -BCs

SIGMA-ALDRICH (Fluka) % GFEEE 99%)
ANT 7 A NEFH =)V ~ds :

AT S8 T35 GBS 97.4%)
ZANV7rrauy yyy -

SIGMA-ALDRICH (Fluka) % (i 99%)
ANT 7 IT VY -1Cs:

SIGMA-ALDRICH (Fluka) # GHiEE 99%)
ANT 7 RAFY LV (ANT 7T IV V)-1Cs:

CIL #:# (10 x g/mL, #iEE 90%)
ANT 7 FF T v —ds  MRplisE T8 GREE 99.9%)
FIRANTY) A =dy:

SIGMA-ALDRICH (Fluka) % GitiEE 98%)
ANT7IAXANEY Y ~ds:

FGHEEE T3 (BRI AT ) GREEE 98%)
TEbh=MJIN, X&) =)

LC/MS HI Floltftishe T3 3
FHEOK - I ) R 78 Milli-Q Gradient 12 & 1) 73
A =T >

Waters # Oasis HLB Plus LP (225 mg)
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1 HAME—-E
- . o )74
W4 Y4, prk cas®EEB  prm 00
t B
ANT 7 =)L T I K Sulfanilamide CsHsN202S 63-74-1 172.20 172.0307
ANT 7 TT =V Sulfaguanidine C7H10N402S 57-67-0 214.24  214.0524
ANT 7T IR Sulfacetamide CsH10N203S 144-80-9 214.24 214.0412
AT 4 I =) Sulfisozole CoH9oN303S 73247-57-1 239.25 239.0365
By AL Pyrimethamine C12H13CIN4 58-14-0 248.71  248.0829
ANT 7Y v Sulfapyridine C11H11N302S8 144-83-2 249.29  249.0572
ANT 7 T Sulfadiazine C10H10N402S 68-35-9 250.28  250.0524
ANT 7 A K¥H Y —/L  Sulfamethoxazole C10H11N303S 723-46-6 253.28  253.0521
ANT 7 FT =) Sulfathiazole C9oHoN302S2 72-14-0 255.32 255.0136
TTRY v Diaveridine C13H16N4O2 5355-16-8 260.29  260.1273
ANT 7 AT Sulfamerazin C11H12N4O2S 127-79-7 264.30 264.0681
27 7 bua ¥4 —)L  Sulfatroxazole C11H13N303S 23256-23-7 267.30 267.0678
AT 4 X — ) Sulfisoxazole C11H13N303S 127-69-5 267.30  267.0678
FNARTY A Ormetoprim C14H18N4O2 6981-18-6 274.32 274.1430
ANT 7 RPN Sulfabenzamide C13H12N203S 127-71-9 276.31 276.0569
ANT 4 IV Sulfisomidine C12H14N4O2S 515-64-0 278.33 278.0837
ANT 7 IV Sulfadimidine C12H14N402S 57-68-1 278.33  278.0837
ANT 7 AN EYZ Y Sulfamethoxypyridazine  C11Hi12N4OsS 80-35-3 280.30  280.0630
ANT 7E /) A MF¥T 2 Sulfamonomethoxine C11H12N4O3S 1220-83-3 280.30 280.0630
AT FraaYR Sulfachloropyridazine C10H9N402SCl 80-32-0 284.72 284.0135
FUAKNTU A Trimethoprim C14H18N4Os3 738-70-5 290.32 290.1379
ANT7FERFVEYZ VY Sulfaethoxypyridazine C12H14N4O3S 963-14-4 294.33  294.0787
ANT 7 X X% Sulfaquinoxaline C14H12N402S 59-40-5 300.34 300.0681
ANT 7 R¥v v Sulfadoxin C12H14N404S 2447-57-6 310.33 310.0736
ANT 7 PR RFT v Sulfadimethoxin C12H14N404S 122-11-2 310.33 310.0736
ANT 7 =hrT v Sulfanitran C14H13N305S 122-16-7 335.34 335.0576
AT 7T aE AKXV Sulfabromomethazine C12H13BrN4O2S 116-45-0 357.23 355.9943
2.3 LC/MS DORIFESL HL~48min A:B=97:3
LC/MS #%2% - Waters Alliance 2695/ Quattro micro API A1 7 A 0.2 mL/min
LC A7 A& - 40° C
LC ¥&ff : Waters Alliance 2695 ABHEAR :5ul
A1 & - Waters # Atlantis T3 21 mm x 150 mm, 3 um MS
BB A 01% ¥ /10 mmol/L ¥M7 »E=7 A MS #&fif © Waters Quattro micro API
K (99 1 1) Fr ¥y —EE 125 kV
B:0l% ¥M-7tt b= FVYUNVEK/ 10 ) — A 1100° C
mmol/L ¥7 vy E=v A -7 ;=YW FNNR— a3 Vil 450° C
(991 1) =ET P © 60 L/Hr
0~ 1 min A:97-8 B:3—15 linear gradient TNV AR— 3 Vi - 500 L/Hr
1~10min A:8-77 B:15—23 linear gradient A+ ALk : ESI-Positive (A V7 7 = + 5
10~21mn  A:77—25 B:23—75 linear gradient 1% ESI-Negative)
21~22min A:25—0 B:75—100 linear gradient WrEE'—F : SRM
2~3Hmin A:B=0:100 EZY—AF v, a—=VEERTFT) T a YEE:
35~351mn A:0—-97 B:100—3 linear gradient F2ROUEIBR

32 EURREREt> 2 -FR



K2 WEMEOEZ4—C1F>, A-EERVIY a3 EBFE

- o . a—y alyay
Wi e w=s—gAy o TR

Sulfanilamide 4.81 173.1 > 156.0 18 6
Sulfaguanidine 3.91

Sulfacetamide 8.66 215.0>156.0 24 13
Sulfisozole 13.75 240.1 > 156.1 20 11
Pyrimethamine 17.00 249.0 > 177.0 43 27
Sulfapyridine 10.65 250.0 > 92.0 27 23
Sulfadiazine 9.65 251.0 > 156.0 22 13
Sulfamethoxazole 17.53 254.06>156.0 26 13
Sulfathiazole 10.25 256.0 > 156.0 23 12
Diaveridine 9.51 261.2 > 245.1 37 23
Sulfamerazin 11.42 265.1 > 92.0 27 24
Sulfatroxazole 17.88

Sulfisoxazole 18.50 268.2>156.1 22 12
Ormetoprim 11.16 275.0 > 123.0 38 23
Sulfabenzamide 19.57 277.0 > 156.1 20 10
Sulfisomidine 8.69

Sulfadimidine 13.08 27902920 32 29
Sulfamethoxypyridazine 13.48

Sulfamonomethoxine 15.31 281.0>156.0 27 15
Sulfachloropyridazine 16.21 285.0 > 156.0 21 13
Trimethoprim 10.26 291.1 > 230.1 36 21
Sulfaethoxypyridazine 17.90 295.0 > 156.0 28 17
Sulfaquinoxaline 20.03 301.0 > 156.0 27 15
Sulfadoxin 17.45

Sulfadimethoxin 20.00 311.0>156.0 28 17
Sulfanitran (Negative) 22.03 334.0 > 136.0 22 25
Sulfabromomethazine 22.19 357.0 > 92.0 35 32

x®3 YOS -— bRIEE

DEZZ—AF>, -8

ERUDY Y3 EE

R a—r Ay
WE 4 TS — AT B B
Sulfamethoxazole-13 Cs 260.08>162.0 24 14
Sulfadiazine-13 Cs 257.08 > 162.0 24 14
Sulfadimidine-13 Cs 285.0 > 98.0 28 29
Sulfachloropyridazine-13Cs ~ 291.04 > 162.0 23 14
Trimethoprim-db 300.2 > 234.0 38 21
Sulfadoxin-ds 314.1 > 159.0 28 19
Sulfadimethoxin-ds 317.12 > 162.0 32 21
: =
100 mL i =N Oasis HLB Plus  f§#/k 15 mL TS
(4 10.0 ng) 10 mL/min Air 5 mLXx 3 [

L{ wi F ww  &x — 28 | LCMSSRM

AR ) =) N 7 A A=l KSR (1:1)  0.45 pm T4 vf-
5 mL $02mL F£T 1.0 mL
X1 AHEO7O-—Fv— b

2.4 HIIETE
KE
«Li% SﬂL(AJt\)‘J[]L Lf;o

BA

ZEXF 100 mL 12 200 ng/ u L o7 — b iEHE
Iz X% /=10
mL, FEK20 mLCTar74 ya=r s LMY —
MY » ¥ (Oasis HLB plus) {2 10 mL/min ®# & T
L7z FEAMHA— MY v V&2 KERK 15 mL T,

HHE T 24245 % 5 mL x 3 [l
L7ze ThE X%/ —=)5mLTHIL, 40°CLUT®D
WFTHO02 mL TTRAML, x5/ —/ K
A (1:1) TLO mLIZEAL, 045um 74 V¥ —Thil
R E Lz STk 7e—F vy — 12X 1

3

K
7

zirv,
ZRT

RE L

ESI+

S L CREAR O K55 % Br

BIRIEREL 2 - &R



25 RERETRERVCASNEODRETRELEET
PEfE

e A T BRE (IDL) M OV53 01 5 8 oo e i T BR A
(MDL) & % T BAE (MQL) Ol e ORI, 1L
EBRBEEREEGO T & CEK 20 4R 17125 -
720 IDL &, MEAUTH O 2 KRR i O L e % 7
MR DK Ll L, 552l EofEigfEs v
H L7z MDL O MQL (&, #/KIC IDL 3R 550l
D 5 AR OREEEW E 2 L 723k 2 7 EER L, 57
7 a0 —IZHEV AT &2 206 L 72, LC/MS TilllE L
5 7z E i OFEHER 2 2 VTRl L 72,

IDL = t(n-1, 0.05) X g w11 X 2
t(n-1,0.05) : fEbRE 5%, HHEE n-1 o ¢ i (i)
o wi1 * IDL B H O 7230 O 52 il 0 BEAE e 2
MDL = t(n-1, 0.05) X g n1m X 2
MQL =10 X ¢ wim
tln-l, 0.05): k™ 5%, HHE n-1 o i (H)
o vint : MDL 0 728 i 58 il o0 B AR e {7

3 KFRRRUEER
3.1 HmEABEHES— MY v D OBREHER
WEOGHEREY T ICBWTHBNETH - 72

Oasis HLB, Sep-Pak C18, InertSep PLS-3 @ 3 i
A & W L 7z

FEHK 100 mLIZ ANV T7 7 X b33 — VY 1.0
pg ZHRML, FEAMIC 10 mL/min TE@K, A%/ —
V5 mL THEM L2, 7 b= )5 mLCTHEM L 72
WEREX 2128 T, ¥V A REMO Sep-Pak C18 i,
Bk T C K TR T b IR A S v - i)Y
b B o 7228, S OMGET TR B A 5 72, R v —
S #H 0 Oasis HLB, InertSep PLS-3 TiX, W¥h
EEIERTH o 72H%, Oasis HLBASA ¥ / — )V 5 mL &
MTORNENEL, 72 b= M) VEG~OKRE S %
Ao 7-DT, Oasis HLB #3562 & & L7,

3.2 BHBEOHREER

31 D225 Oasis HLB#HH T 452 & & L7228
InertSep PLS-3 TlZ 7+t b= M VIV 55~ DFE AR
ENZ720T =PIV TORBOIRFETAIEEL,
P T 7R 27T RIS L, EHEBEORE (X8 ) —vE
7237 b= MU V) &R GmL F 7213 10mL) % ket L7z,

34 EURREREE> 2 -FR

120 OCH3CN

) BMeOH
100 - B 13
80
60
100 o6
40 - 0.03
20 - 40
0 T 1
HLB cis PLS3

2 HWEBEMES— Ny JOREHER
(ZIWT 7 XA RXHI =)

FEHL K 100 mL IS EEH#EW) BT 4% 100 ng iR L, 10
mL/min TiAK, A%/ —)V5 mL TiHlitk, HIiC
=5 mL THEMNLEZBORT 7 M=) V5 mL
THEME, HIZ7TE =) V5 mL TEBLAZDOE
W L7z,

HREPREAIRT, CYRAF IV, IYTRYV Y, F
WARTY)L, FPIAMNT)LAO4WEIETEN=MY
VT DME L, 10mL THHEMLE > Thne %
RAON2D, AF ) —VERHTAZEE L, —i
IZAF 7= &) 7 b= MY NOFDBERIIHGHRN
B, AWMBEIANK NIRRT T I H%x 208D
72, A% —=VofFo7a s yEANEHICES L
TwhEtEZ LN/,

¥ 72, WIEEICOWTIE, A% — ) 5mL THWE
D 50% D EAVEHL, %% — 5~ 10 mL ~OEE )
2% LT CTHo72DT, A% /=) 5mL TO®EHE L7,
3.3 FHEhEKEFD pH Di%ET

AEHEAK RO pH IO LEDO A E AT 57200
Wt %247 5 720 WK OKE) 100 mL (ZEE#ED BT % 100
ng ZWML, pHZEENZENS, 4, 5, 7, 9ICHEL
#.10 mL/min Ti#/K, X ¥ 7 —)V 5 mL THEH L 720 GII
ERIEIE A %/ — )b, pHS I3 pH Rii#), #R%E2EKS
WRT o %L OWE T pHI THIPURAEL 2B 2 &
AHERR S NT=hS, @F ORI KO pH7 ~ 8 Tl pH
AR CHD L M Lz T2, ANVT 74273 NI
pHS L FIC L 2 LN T & o 7225, S0 %
B P O—FICOMTAHIENHNTH D720, A
77y I FERRL 26 WE O RSO % BEE
L7



x4

BHAEOMRETRERIER (Oasis HLB)

[ (%)
A e AH ) =) TEr=FUL
0-5 5-10 . 0-5 5-10 -
mL mL ! mL mL !
Sulfanilamide 62 0.4 62 59 0.1 59
Sulfaguanidine 51 0.2 51 48 0.2 49
Sulfacetamide 94 0.5 94 93 0.2 93
Sulfisozole 93 0.6 93 96 0.8 97
Pyrimethamine 100 0.7 101 3 25.9 29
Sulfapyridine 94 0.5 94 104 0.9 105
Sulfadiazine 96 0.7 97 105 0.9 106
Sulfamethoxazole 101 0.8 101 99 1.4 101
Sulfathiazole 91 1.1 92 85 15.7 101
Diaveridine 99 1.2 101 5 7.8 13
Sulfamerazin 92 0.4 93 110 0.9 111
Sulfatroxazole 102 0.7 103 105 0.9 106
Sulfisoxazole 97 0.7 98 102 0.8 102
Ormetoprim 101 0.9 102 5 7.1 12
Sulfabenzamide 100 0.6 101 85 11.9 97
Sulfisomidine 101 0.1 101 101 2.0 103
Sulfadimidine 98 0.4 99 103 0.6 103
Sulfamethoxypyridazine 96 0.7 97 97 1.4 99
Sulfamonomethoxine 91 0.8 92 95 3.0 98
Sulfachloropyridazine 90 1.2 91 95 4.0 99
Trimethoprim 100 0.6 101 10 20.8 31
Sulfaethoxypyridazine 102 0.9 102 103 1.4 104
Sulfaquinoxaline 103 2.0 105 91 21.0 112
Sulfadoxin 102 0.5 102 102 0.5 103
Sulfadimethoxin 103 0.6 103 103 1.5 105
Sulfanitran 85 0.0 85 84 0.0 84
Sulfabromomethazine 117 1.0 118 117 1.8 119
#F=5 BKEED pH DIEETHERFER (Oasis HLB)
2 (o
A EEE (%)
pH3 pH4 pH5 pH7 pHS8 pH9
Sulfanilamide 40 57 60 57 71 52
Sulfaguanidine 53 67 67 65 70 54
Sulfacetamide 89 87 91 7 0.9 0.5
Sulfisozole 88 88 92 83 61 10
Pyrimethamine 101 94 98 97 101 86
Sulfapyridine 86 87 90 91 91 82
Sulfadiazine 85 85 91 90 78 17
Sulfamethoxazole 99 98 101 98 100 73
Sulfathiazole 70 83 89 85 86 77
Diaveridine 96 93 94 94 99 86
Sulfamerazin 91 95 94 91 95 81
Sulfatroxazole 94 95 99 95 103 70
Sulfisoxazole 99 97 103 101 104 77
Ormetoprim 100 95 98 97 100 89
Sulfabenzamide 99 104 106 103 101 90
Sulfisomidine 83 86 94 91 95 82
Sulfadimidine 93 98 102 99 103 92
Sulfamethoxypyridazi 97 100 104 100 102 94
Sulfamonomethoxine 88 93 96 92 97 83
Sulfachloropyridazine 78 85 86 86 97 78
Trimethoprim 99 94 96 95 97 87
Sulfaethoxypyridazin 104 104 110 107 110 98
Sulfaquinoxaline 102 103 104 105 107 97
Sulfadoxin 104 102 106 104 101 94
Sulfadimethoxin 97 98 104 101 105 93
Sulfanitran 125 109 114 117 125 105
Sulfabromomethazine 101 106 111 114 128 103

mEILRRERE L > 2 —F]
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34 FMH-AFXHI v 7 XAE— FEHDKET

32 J U 33 OMET T, PREFREH A3 < ARIBEVEAT R W
WE O RIPEEPENEAT TH - 72720, 4+ ¥ LR
MaEME T LEL, BAF YR D Waters H#
Oasis MAX Plus X O A + > 52D Oasis MCX Plus
D 2O - 4 F R I v 7 AE— FREM % S
L7zo WK CRUTL - CHFTHE), diEk ORIE) 100 mL 12
M 45 100 ng ML, 10 mL/min Ti#iZK, MAX
TIRT VB TOK /KRR (5:95) , REEUKTHERE, 2
57— 5mL CTHEIML, BIZXH/ 25/ —) (298) 5

mL THEH, MCX 1, 2% FEKEW, K Cikif,
Ay 7 —N5mLTHILL, BIRT VEZTK/ A
J = (595) THM L7z (MEHRBEEI XY 2 —)V),
FERIZEOD LB T, W GWEIE OB Y8 —
NNz WY — VB RTIRT, N5 — 2D
&, B A+ UEERIRL, BA S v EERRE R WY T,
FMOMEIZT I /R 2OROWETH o 12N F —
YOI, BAT I EERL, At v ERRS WY
T, BUOANVT =T i, = ukoBE 50
XY 2T I VDA T VISR DIl el s h

6 FHE- A CTH]I v 7 IE- FEBEDRETHRER

[ER (%)

/K K

PIE L7/ MAX MCX MCX

MeOH, 0 d MeOHNISN a MeOH 001 MeOHNISN &
Sulfanilamide 27 2 29 5 52 57 27 3 29 0 45 46
Sulfaguanidine 29 0 29 0 61 61 27 1 27 0 55 55
Sulfacetamide 1 6 7 0 1 1 0 67 67 3 53 56
Sulfisozole 0 59 59 7 22 29 0 66 66 1 58 58
Pyrimethamine 101 0 101 0 90 90 99 0 99 0 82 82
Sulfapyridine 0 62 62 0 71 72 0 67 67 0 66 66
Sulfadiazine 0 45 45 8 39 48 0 56 56 0 61 61
Sulfamethoxazole 0 74 74 15 59 74 0 78 78 1 71 72
Sulfathiazole 0 47 47 0 48 49 0 52 52 0 49 49
Diaveridine 90 0 90 0 89 89 93 0 93 0 81 81
Sulfamerazin 1 69 70 4 69 73 1 72 74 0 71 72
Sulfatroxazole 1 71 72 10 59 70 0 76 76 2 69 70
Sulfisoxazole 1 71 72 12 27 39 0 66 66 2 63 65
Ormetoprim 91 0 91 0 88 88 93 0 94 0 83 83
Sulfabenzamide 1 70 70 11 45 56 0 58 59 1 62 63
Sulfisomidine 0 71 72 0 67 67 0 67 67 0 64 64
Sulfadimidine 0 66 66 0 71 72 0 77 78 0 70 70
Sulfamethoxypyridazine 0 54 55 1 69 69 0 64 64 0 69 69
Sulfamonomethoxine 0 59 59 3 50 53 0 62 63 0 62 62
Sulfachloropyridazine 0 55 56 6 47 53 0 58 58 0 48 49
Trimethoprim 91 0 92 0 88 88 90 0 90 0 78 78
Sulfaethoxypyridazine 1 61 62 0 77 77 0 71 71 0 72 72
Sulfaquinoxaline 1 73 74 1 75 76 0 81 81 0 73 74
Sulfadoxin 0 71 72 8 67 74 0 81 81 1 73 73
Sulfadimethoxin 1 77 78 3 73 76 0 79 79 0 68 69
Sulfanitran 6 58 64 65 6 71 5 65 70 35 5 40
Sulfabromomethazine 1 77 78 1 62 63 0 91 91 1 64 64

K7 PH-AAFTHI VI XE- REETOBEHE/SZ2—>
Ry — EELZI
N =y MAX MCX
B R NH3/
MeOH yroon MeOH yeon
D O O Sl.llfanihla.mide, Sulfagu.anidin.e, Pyrimgthamine,
Diaveridine, Ormetoprim, Trimethoprim
O O Sulfanitran
O O Others
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20ppb-10%CH3CN HPCMix1+CAM 3-43-98(1-17-22)ACN_D3_MRM

2013_151 2: MRM of 20 Channels ES+
_ 15.52 254.06 > 156
2.88e4
. 10%7 % h=F UL ANT 7 A RXH Y —v
<]
07 T T T T T T T T T T T
14.00 14.25 14.50 14.75 15.00 15.25 15.50 15.75 16.00 16.25 16.50 16.75
2013_152 2: MRM of 20 Channels ES+
15.50 254.06 > 156
20%7 & F= kU 310e4
<]
07 T T T T T T T T T T T
14.00 14.25 14.50 14.75 15.00 15.25 15.50 15.75 16.00 16.25 16.50 16.75
2013_153 2: MRM of 20 Channels ES+
- 15,50 25406 > 156
2.90e4
50%7 & h=FU/L
<]
< 15.65
07 T T T T T T T T T T T
14.00 14.25 14.50 14.75 15.00 15.25 15.50 15.75 16.00 16.25 16.50 16.75
2013 154 2: MRM of 20 Channels ES+
15.50 254.06 > 156
— 2.27e4
100%7 & h=F U
<]
07 T T T T T T T T T T T Time
14.00 14.25 14.50 14.75 15.00 15.25 15.50 15.75 16.00 16.25 16.50 16.75
= SREA M N N SEPTN . _ .
M3 REBBRDBEMERELTALBEDIAT NI SL -1 (RN T 74 RFHJ—))
20ppb-10%CH3CN HPCmix1+CAM 3-43-98(1-17-22)ACN_D3_} 20ppb-10%CH3CN HPCmix1+CAM 3-43-98(1-17-22)ACN_D3_MRM
2013_151 1: MRM of 1 Channel ES+ 2013_151 2: MRM of 20 Channels ES+
2.96 6.68 TiC _ — 11.94 15.77 Tic
E 1 10%7 2 h=KU /L 18.23
5.55e4 ] 1042 18.53 1.17e5
Sulfaguanidine 5 17.41
. s ‘ 10%7 € k=hyr = F
Sulfacetamide 1
0 R LA R RN NN AR AN AL R AL R R 2
2.00 3.00 4.00 5.00 6.00 7.00 8.00 10.00 12.00 14.00 16.00 18.00
2013_152 1: MRM of 1 Channel ES+ 2013_152 2: MRM of 20 Channels ES+
6.67 TIC _ — 15.77 TIC
e 676 47608 1 20%7 & h=hKY pun 1550 18.23 1.22e5
2602%° : 1 : 18.53
£ fﬂ\\ 20%7 L k= kUL %
Y R A R RN ) AR AN LA R RS SRR R 1
2.00 3.00 4.00 5.00 6.00 7.00 8.00 10.00 12.00 14.00 16.00 18.00
2013_153 1: MRM of 1 Channel ES+ 2013_153 2: MRM of 20 Channels ES+
_ 2.32 TIC 15.72 18.23 TIC
1.06e5 50% 7t h=hKrVU /)L 1.10e5
] 11.94
o]
<l oo BO%TE R= R UL & 1042 10, 12,66
: ] 9.15
3.0 ]
0 R A R RN A AR AN A RS AL AR LA 2" T T T T T T
2.00 3.00 4.00 5.00 6.00 7.00 8.00 10.00 12.00 14.00 16.00 18.00
2013_154 1: MRM of 1 Channel ES+ 2013_154 2: MRM of 20 Channels ES+
_ 2.26 TIC _ 18.21 TIC
1.19e5 ] 100%7% k= kU 1560 1851 1.06e5
0, — 1 ] (0] r=p YD)
< 100%7 & F= kU < 1192 1358 14,60
] 1042 1112 12711
216 6.74 ] 9.23 9.38 )
0 T e e e e Time 2 T T T T f Time
2.00 3.00 4.00 5.00 6.00 7.00 8.00 10.00 12.00 14.00 16.00 18.00
S SRES IS T IR PR N y = = s LEAS . - . —
M4 HEROBFEMEREZAIZEDIAY NI T L M5 HEBROBEMEREZEALHBENDIAT NI T LA

-2 (R¥FRERE 8 FLIT OME)

Too XF = @MF, BA A U BA A MR TY
HThY, WEWEDL &4 LT,

Oasis MCX # v, @4 TH2ALT7 7=
5 UNOWEET vEZT /A Y = VIlIGIER T
BA, ANVTFAMEFHFI—)b, ZANT7 7 haFHy—
VW, ANVTAVIFHS =), ANVT 7R AT I RTIE
10% LA EAS A & 7 — VIl L, 72, BIRED
80% RiGDOMEAN L Do 12720, A L I & & L7z,
3.5 HERBROBEMEKDKRETHER

WESEED ) B, HBROBERKEZRET T2 L L
L7z WIS T 5 E LTYWME L7z XTerra 7 5 AT

-3(RIFERE 8 ~ 19 4)

&, AERHE T E =YL 100% THRET L E, X3~
SIRTEBOVE =) =T 4 Y T T LT DG o7
(fiHl % 5 & : Waters # XTerra MS C18 2.1 mm X
150 mm, 35 um, #EA=E 10 uL)
3.6 FABDOKRIHER

HEAEZRSuLICL72EZA, R6ITRTEBD 20%
TP PUNTHHEERLRD, 50% 7+ F=1FY
VT H ISR NAL 7 7 77 =Y U 2R EM
M eolze 100% 78 = MY VTIE, PR 15
GUTOBDRYE =7 BREBNI(WES T A1
AtlantisT3 1 H) o

EILRRBEREC 2 —FH 37



NI 7 TT =

- Kit ZIE1A)

10%7 k& h=FVU/L

2oppb EOACH?(‘N SHETPPCmix1+ERM AT 3um

-
1 /\\%T?I\-ﬂ\)w

°

5.0
20ppb- SO/CHSCN Sul TP Cmix1+CAM A-T3-Sum 5.43-98(1-15 S2)ACN_D3 ] MRM

I

50%7 & h=F VUL

PR 50
2oppb 1(_)(_)}’(_H:ILN 2O Hremix1T8AM a-Ta aiim Bias-es@G-19 22 AcKN_DI MRM

ANT 7 TT =
(B—7 % 2 RIZ5rH)

/

- &

100%7 & =k U

X 6

37 HBRBRDBEMEKDRETER

35 [ UM 36 DM RIS, AREEOEA KL
T 5%, EAREDL TIUIRFERB2SECWETYH
=2 IRV BN W bR o 2D T, EARIIK
-2 BREZEB LTS5 ul &L, AREROEE
2O LTHMEWEIER L 5 2B EB N w
PR L 72,

WA QU - CHFHE), K GREP) 100 mL (2
HEWE A 100 ng ML, 10 mL/min TilK, 2%/ —
V5mLCTHEMLAZbOE A, RBHOBEZ 2 ¥
J = /RO (14), A¥ =)/ FEEUK(LL) . X%
J =V EZEE L, [ UEBEH O RN & o ifE o M
AT 72,

FRERSIIRT . AMBHOEGEEEL THWHE
EWVIZENT, FREROEAEETCH, WEWE
WER L 72 K e ABRIIHER EN LD o720 T, HBRK
DEBE AT ) =S A E ) —)b / KK (1) (2%

3% EURREREtE> 2 -FR

AAES UL THIEL 277 bJT T L

B L7
3.8 BEMHERUVHTLOKREHER

BEHZ X 7T = M) LR KT 25 FhE R
5 —=VR R IEFLZEZA, BLAT—) VT
LCE—=JRAILD ) 5K E %o 720

MsE A 5 2% XBridge C18 (X1 9) & U Atlantis T3 (IX]
1) WCEHELZEZA, WIRbE—I BTy —T Lk
D BIFCTH o728 Atlantis T3DOFR L) ¥ % —7T
Ho720T, Atlantis T3 #HTAHZ & & L7z,
3.9 MBEMEZRMHOKRE

517 &% XTerra %* 5 Atlantis T3 ICEHE T 52 & T
% D=2 RIZY ¥ =T 2o 7208, HWE L
DHETIE S5 ~ 10 /I HE 3, 10 ~ 14 550121
WHEPER - 72E =2 Db o720 (K 11)

ZZT, 10~ MUBITER L TWeWEO ¥ — 7 [HFE
WIENRAHEI) 1 ~104TB:15—23% L7525 L) #HER
MITITILYPERDLEIEHEL T,



=8

AERR ORI DIRETRABRIER

17K

MK

S M)=Ml A )=l M )=l M) =Wl
: K OREROK - DK RROK -
(1:4) (1:1) (1:4) (1:1)
Sulfanilamide 62 66 70 65 68 66
Sulfaguanidine 71 71 60 71 66 56
Sulfacetamide 8 11 10 1 1 0
Sulfisozole 73 79 78 53 51 51
Pyrimethamine 88 100 96 99 101 99
Sulfapyridine 87 93 83 93 89 83
Sulfadiazine 86 90 84 83 79 73
Sulfamethoxazole 91 96 92 95 95 91
Sulfathiazole 72 87 84 92 87 82
Diaveridine 86 94 89 97 98 91
Sulfamerazin 87 90 84 94 91 86
Sulfatroxazole 90 101 99 105 99 101
Sulfisoxazole 87 84 82 93 84 81
Ormetoprim 88 95 93 98 99 93
Sulfabenzamide 88 91 93 102 93 92
Sulfisomidine 89 93 89 96 95 84
Sulfadimidine 90 97 94 105 100 91
Sulfamethoxypyridazine 89 98 95 101 101 94
Sulfamonomethoxine 79 84 78 87 85 74
Sulfachloropyridazine 67 75 74 86 79 77
Trimethoprim 89 92 93 100 97 93
Sulfaethoxypyridazine 103 104 103 109 106 102
Sulfaquinoxaline 88 96 97 104 98 93
Sulfadoxin 97 101 99 105 106 98
Sulfadimethoxin 97 102 101 108 103 100
Sulfanitran 79 61 75 96 64 86
Sulfabromomethazine 95 103 99 109 102 103
¥ 82 87 85 91 86 83
20ppb-10%CH3CN 10uL HPCmix1+CAM 3-43-98(1-17-22)ACN_D3_MRM 20ppb-10%CH3CN 10uL HPCmix1+CAM XTerra 3-43-98(1-13-22)MeOH_D3_MRM
2013_160 ﬁ 3 A : XTer!‘ﬁ 20 231 MRM of 5 Channels ES+C 2013_218 7‘7 % A XT 20.3 MRM of 5 Channels [S+
BEA © R TN a.925 ] saema
B%:3%(0- 1min)-43%(17min)-98%(22min) R e T i )
- & m g B%:3%(0-1min)-43%(13min)-98%(22min)
° 2.‘50 5.‘DD 7.‘50 ' 10‘.00 ' 12‘.50 ' 15‘.00 ' 17‘.50 ' 20‘.00 ! 22‘.50 ' ° 2 ‘50 T 5. bo 7. ‘50 10‘00 T 12‘50 T 15‘00 T 17‘50 T 20‘00 ! 22‘50 T
2013_160 2: MRM of 20 Channels ES+ 2013_218 2: MRM of 20 Channels ES+
2] 2]
z ,‘50 j SbO j 7v‘50 10100 12150 ' 15100 17150 20‘.00 j 22‘50 ' * 2}‘50 T 5.‘00 7.“50 10‘.00 ' 12‘.50 15‘.00 17‘.50 ' 20.‘00 T 22.‘50 T
2013_160 o8 oo 1: MRM of 1 Channel E§+ 2013, 518 63 1: MRM of 1 Channel ES+
° 2, ‘SD 5. 2]0 ' 7. ‘SD ' 10‘00 ' 12‘50 ' 15‘00 ' 17‘50 ' 20‘00 ' 22‘50 ' Time ° 2, ‘50 5. bO 7. ‘50 10‘00 ' 12‘50 ' 15‘00 ' 17‘50 ' 20‘00 ' 22‘50 ' Time
X7 HMEEFULAZETRAELAEZ7OY NI T4 K8 #MEMEE XX/ —IRIZEELTCAIEL
(RELT3) a7 T A
20ppb-10%CH3CN 10uL HPCmix1+CAM XBridge 3-43-98(1-15-22)ACN_D3_MRM ig;;gt;th%CH3CN 10uL HPCMIix1+CAM A-T3-3um 3-43-98(1-15-22)ACN_D3 V\AiR’\lXIRM e on mese
9 4% 4 XBridge 2o senis #50; Atlantis T3 oS
B - Xk T b=~ B X8/ X7 b=
m 8 B%:3%(0-1min)-43%(15min)-98%(22min) m £ B%:3%(0-1min)-43%(15min)-98%(22min)
T T T T T T il 6\0 T T T T T T T T T T T T ‘A T T \ T T
] ]

M9 #7L%XBridge ICEBELTHAELAZV7AXY NI T4

hT L% AtlantisT3 ICEE L TEIE L 7=
JO% M F L

EILRRBEREC 2 —FH 39



AddSTD-100%MeOH_100ppb_HPCmix1+Macrolide13mix_5uL_5-95ACN_D5_MRM
2013_417
13,74

19.89
12.39

13.07| 16.85

17.93
1531

19.49

15.10

117

11,00 22,29
387

MRM of 25 Channels ES+

TIC
9.47e5

100ng/mL_STD(HPCmix1+Mac13+CS10ng+SS10ng)_5ul_MRM_dry

2013_586

MRM of 25 Channels ES+
9.47 TIC

17.46 8.68e5

1020
s 17.86

13,50

16.97

19.52

4.02

4.91

uzjfﬂ

° 2.‘50 ! 5.(‘]0 7.‘50 ' 10‘.00 ' 12‘.50 ! 15‘.00 ! 17‘.50 ! ZD‘.DO ! 22‘.50 ! 2510-5”"9 ° 2 ‘50 ! 5.‘00 7.‘50 10‘.00 i 12‘50 15‘.00 i 17‘.50 ! 20‘.00 ! 22‘50 " 25‘.0‘(")‘""e
B11 HARET L -REMBRETRELA27AY T T A M12 SENEBESHEEGTAELAZ7OY NI A
%O BEMHTRIDL) O R
o bl O A
B4 HoOmE RE B (giml) (ng/mL (ng/mL werr SN (o)
(mL) (mL) (ng/mL) (L) ) (ng/L)
Sulfanilamide 100 1 1.00 50 0.98 0.069 0.27 2.7 9.6 7.1
Sulfaguanidine 100 1 0.50 5.0 0.490 0.0259 0.10 1.0 10 5.3
Sulfacetamide 100 1 1.00 5.0 1.01 0.0611  0.24 2.4 95 6.1
Sulfisozole 100 1 0.50 50 0.506 0.0259 0.10 1.0 12 5.1
Pyrimethamine 100 1 1.00 5.0 1.06 0.084 0.33 3.3 80 79
Sulfapyridine 100 1 1.00 5.0 1.05 0.109 0.42 4.2 11 10
Sulfadiazine 100 1 1.00 5.0 1.17 0.112 0.44 4.4 94 96
Sulfamethoxazole 100 1 1.00 5.0 1.06 0.0959 0.37 3.7 99 9.1
Sulfathiazole 100 1 1.00 5.0 1.09 0.108 0.42 4.2 9.3 99
Diaveridine 100 1 1.00 5.0 1.12 0.0605 0.24 24 11 5.4
Sulfamerazin 100 1 1.00 5.0 1.05 0.103 0.40 4.0 11 9.8
Sulfatroxazole 100 1 1.00 5.0 1.06 0.0853 0.33 3.3 12 8.1
Sulfisoxazole 100 1 1.00 50 0.989 0.0982 0.38 3.8 13 9.9
Ormetoprim 100 1 1.00 5.0 1.03 0.0971 0.38 3.8 14 9.5
Sulfabenzamide 100 1 1.00 5.0 1.10 0.106 0.41 4.1 10 9.6
Sulfisomidine 100 1 1.00 5.0 1.04 0.103 0.40 4.0 13 9.8
Sulfadimidine 100 1 1.00 5.0 1.02 0.0526  0.20 2.0 9.0 5.1
Sulfamethoxypyridazine 100 1 1.00 5.0 1.02 0.0996 0.39 3.9 10 9.8
Sulfamonomethoxine 100 1 1.00 5.0 1.04 0.103 0.40 4.0 11 9.9
Sulfachloropyridazine 100 1 1.00 5.0 1.07 0.0967 0.38 3.8 10 9.1
Trimethoprim 100 1 1.00 5.0 1.04 0.0607 0.24 24 11 5.8
Sulfaethoxypyridazine 100 1 1.00 5.0 1.04 0.108 0.42 4.2 11 10
Sulfaquinoxaline 100 1 1.00 5.0 0.961 0.108 0.42 4.2 12 11
Sulfadoxin 100 1 1.00 5.0 1.05 0.104 0.40 4.0 95 99
Sulfadimethoxin 100 1 1.00 5.0 1.01 0.0921 0.36 36 14 9.1
Sulfanitran 100 1 5.00 50 497 0.480 1.9 19 9.7 9.7
Sulfabromomethazine 100 1 1.00 5.0 0.978 0.150 0.58 5.8 6.6 15
* IDL =t (n-1,0.05) X on-1 X 2
RGNS BT B BRI 2 X4 12 1R § 311 ARMEUREERER

3.10 EEMRHE TR (IDL) XU TR (MDL), EETF
FE (MQL)

IDL #%%9, MDL, MQL %% 10 1279,
IDLIZ0I0(ANT 7 T =Y Y RUANT 4 V) —
WV)~19 ng/mL(ANV77=1tF ), MDL L 36(A IV
T7ZNWVTIR)~27Tng/L(ANVT 7 =15 V) Tho
72o AT 72 M7 Y ORREDPMKL, ZHITEMIHT
WCHWT WA E T FAEDOBEIITH - 720

40  FUEREREL> 2 -FRH

WHIKNOFEINTIE, AVT 7Ry IFEALT 7=
T URBE, 70~ 120% ORI 2N TH - 72, (3£
11)

WEARNOHEINTIE, BT CHEAKT LLENDH D AN
77k IFDEN, ANVTFTTIVYEANT AV
V=T 70% A OB & 7 5 72, (£ 12)



F10 #®HETR(MDL) XUEZETER(MQL) DEEER 11 ANEYGEEGER GA)I17K)
i wtees P g e fop -} SR 10 ng 7
e e R BRE 75 (Tnf/fj L L oy i -
(ng)  (ng/L) (ng/L) (ng/L) (ng/L) (%) SHRmE SR B s B b S B ENL EE) der o
Sulfanilamide Wik 200 200 ND ND 138 092 36 92 6.6 (mD) e B EMEE TR AREC
Sulfaguanidine Wk 200 200 ND ND 137 160 62 16 12 (ngll)  8) gl 06 0 &)
Sulfacetamide itk Sulfanilamide Wik 100 2 ND 5 90 90 34
Sulfisozole ik 200 200 ND ND 129 132 51 13 10 Sulfaguanidine Ik 100 2 ND 5 7 79 31
Pyrimethamine ik 200 200 ND ND 172 098 38 98 57 Sulfacetamide Wik 100 2 ND 5 65 65 20
Sulfapyridine Wk 2,00 200 ND ND 182 1.80 7.0 18 9.9 Sulfisozole Wik 100 2 ND 5 73 73 45
Sulfadiazine ik 200 200 ND ND 176 125 49 13 71 8 Pyrimethamine Wik 100 2 ND 5 100 100 71
Sulfamethoxazole #7200 200 ND ND 188 1.79 7.0 18 11 93 Sulfapyridine Wik 100 2 11 5 100 89 3.2
Sulfathiazole ik 200 200 ND ND 159 164 64 16 10 Sulfadiazine Wk 100 2 ND 81 5 103 103 927 78
Diaveridine ik 200 200 ND ND 200 324 13 32 16 Sulfathiazole )ik 100 2 ND 5 80 80 4.7
Sulfamerazin ik 200 200 ND ND 175 1.8) 7.3 19 11 Diaveridine Wk 100 2 ND 5 9 97 45
Sulfatroxazole Wik 200 200 ND ND 177 250 97 25 14 Sulfamerazin WK 100 2 ND 5 94 94 1.1
Sulfisoxazole Wik 200 200 ND ND 194 1.8 72 19 95 Sulfatroxazole Ik 100 2 ND 5 101 100 38
Ormetoprim Wik 200 200 ND ND 196 161 63 16 82 Sulfisoxazole Ik 100 2 ND 5 7 1 33
Sulfabenzamide ik 200 200 ND ND 165 263 10 26 16 Ormetoprim Ik 100 2 ND 5 % 95 23
Sulfisomidine ik 200 200 ND ND 178 159 62 16 89 Sulfabenzamide Wk 100 2 ND 5 1 1 93
Sulfadimidine Wik 200 200 ND ND 190 134 52 13 70 98 Sulfisomidine Wk 100 2 ND 5 s 85 46
Sulfamethoxypyridazine ik 2.00 200 ND ND 17.6 198 7.7 20 11 Sulfadimidine Wk 100 2 ND 9 5 97 97 23 98
Sulfamonomethoxine ik 200 200 ND ND 160 1.8 172 19 12 Sulfamethoxypyridazine i)lk 100 2 ND 5 9 90 2.9
Sulfachloropyridazine K 2.00 200 ND ND 187 165 64 17 88 93 Sulfamonomethoxine Wk 100 2 ND 5 79 79 4.1
Trimethoprim Wik 200 200 ND ND 203 314 12 31 16 99 Sulfachloropyridazine )1k 100 2 ND 79 5 10 10 35 78
Sulfaethoxypyridazine K 2.00 200 ND ND 196 287 11 29 15 Trimethoprim Wk 100 2 ND 91 5 101 99 6.3 98
Sulfaquinoxaline ik 200 200 ND ND 146 216 84 22 15 Sulfaethoxypyridazine i)/ 100 2 ND 5 107 107 35
Sulfadoxin ik 200 200 ND ND 182 1.88 73 19 10 102 Sulfaguinoxaline Ik 100 2 ND 5 7 7 40
Sulfadimethoxin ik 200 200 ND ND 187 213 83 21 11 99 Sulfadoxin Ik 100 2 ND 89 5 9 9 94 115
Sulfanitran ik 100 100 ND ND 116 7.00 27 70 6.1 Sulfadimethoxin Wk 100 2 ND 97 5 102 102 34 100
Sulfabromomethazine ik 2.00 200 ND ND 193 215 83 22 11 Sulfanitran Wik 100 2 ND 5 133 13 18
() AVT7 72423 Rid, BEE T TN 2082838 0 . pHEZ R LR sy & Sulfabromomethazine W1k 100 2 ND 5 9 9 54
PIIIITCEMDLARI S = EATCE o T, () 27 7 5 X IE, Bl FCillAT 5 L8757t pH AMECilA LT IS4 ©
EEERPEL oo TV D, AT 7 = kT 0%, ESI-Negative Tld@ I & S D8
M2 1 . ESI-Positive TIHE (RN 44%) (CER S HBIAIZH D,
R 12 FHNEMRHERKER (BK)
) faS)l 10 ng ¥R
BB -
JILE BB B gy B e ob e BRI A for-
(mL) W [l P BE O R EICE
(ng/L) (%) (mg/L) %) %) (%)
Sulfanilamide Wk 100 2 ND - 7 78 78 6.9 -
Sulfaguanidine WK 100 2 ND - 7 58 58 7.5 -
Sulfacetamide WK 100 2 - - 7 - - -
Sulfisozole Wik 100 2 ND - 7 65 65 4.7 -
Pyrimethamine K 100 2 ND - 7 97 97 3.7 -
Sulfapyridine WK 100 2 ND - 7 87 87 1.5 -
Sulfadiazine Wik 100 2 ND 84 7 101 101 5.7 176
Sulfathiazole K 100 2 ND - 7 81 81 39 -
Diaveridine MWk 100 2 ND - 794 94 44 -
Sulfamerazin Wk 100 2 ND - 7 88 88 3.2 -
Sulfatroxazole WKk 100 2 ND - 7 98 98 4.1 -
Sulfisoxazole Wk 100 2 ND - 7 81 81 3.4 -
Ormetoprim K 100 2 ND - 7 94 94 32 -
Sulfabenzamide Wk 100 2 ND - 7 95 95 26 -
Sulfisomidine Wik 100 2 ND - 7 85 85 3.6 -
Sulfadimidine Wik 100 2 ND 98 7 103 103 5.8 96
Sulfamethoxypyridazine 7K 100 2 ND - 7 95 95 2.9 -
Sulfamonomethoxine Wik 100 2 ND - 7 93 93 4.7 -
Sulfachloropyridazine WK 100 2 ND 91 7 102 102 2.4 87
Trimethoprim Wk 100 2 ND 98 7 103 103 6.1 91
Sulfaethoxypyridazine ik 100 2 ND - 7 102 102 1.7 -
Sulfaquinoxaline WK 100 2 ND - 7 90 90 3.2 -
Sulfadoxin Wik 100 2 ND 108 7 95 95 5.5 102
Sulfadimethoxin WK 100 2 ND 103 7 96 96 5.9 112
Sulfanitran Wk 100 2 ND - 7 116 116 6.1 -
Sulfabromomethazine Wik 100 2 ND - 7 100 100 2.4 -
() 111/77’1257 2RI BBME T CHEAKT AMENRH D720, pH AR Tk L[RRS4 C
I BEALEFERTE RN T,
ELUEREREE 2 —FH® 41



4 £&D
BRI HITDH B V7 7 K& 27 W O % 1855 7

GATEEREL, RORREZH,

OMRYENZ, HHREHM A — 1) v Y0 Oasis HLB
2K L, A%/ —)5mL Tl 5T T
XL ENVDh T,

@ANT 75 I FIZEETHEAKT 2 LEEH - 7205,
ZOMDOYE I pHRBEAZETH ), Zln = flisHh
D—FIHMTAHILNANTH S0, FWEE KR
26 WWE DAL L7,

@i - 4+ &I v 7 AE— FEMEZRE L7225
SHEWEIC X D BB Y, IR Ko 72720
BHLZWZ EE LT,

OB 2E Y E I, EARZHEMSE L2, R
B oA REHOBEEZMNS 5 L, =228 —
T4 v 7 L CTRE N D @A H - 72,

GMEH T 21, Atlantis T3 A — 7 IEAPk <, HHF
R WE T ) =T 1 v I o T,
©BI%E L7 hridid, KEREHoH v 7 7 #1426 )
HoniEHTE, MmITRIE, 36~27 ng/L T

Holo

O N IK T O % F e 7z @ m mUGRER GRr 7K & 0.10
we/L, KX 002 wg/L @) OB, Ehz
N 73 ~107%, 58 ~103% Tdh - 7o
BB, RWFRITBRBEE TECOTK 25 4 AL =W 45

Wrik e A (BREEA BRI 2 A &l L CFEMi L 72,
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Study on the development of analysis method of chemical substances at the time of water quality

accidents

— Study on the development of analysis method of macrolide antibiotics —

B AR, WL, hERRE, A EOKERD
Kazuhiro Atarashi, Toyohiro Urayama, Takuya Nakano, Jun Yamamoto
(Water Section)

£3

=
=]

MDD 1D ThHhL< o 0T 4 FRIVEWEOSLBS RIR AT 2 MG Lize A L, SEEEMAS— M) v Y
KRB R Y 7 — IV THI L, B E 2 5 7 — v /UK (L) ICHHE L 728, LC/MS/MS(SRM ) Tl 3 % ik
L7 x7u 74 FREVAEWHE 11 WEIZOWT, AWk w72 meGERER o mEE, #)IkT 73 ~ 91 %,
WKT60~92 % CTholoo Tz, MITRRMIZ 08 ~69 ng/L ThHhY, AMGEHC X Y EEKE & RS L% T

X7

[F—7—F:EHEH, ~rus4 FRPIUAEWE, KE, LC/MS]
[Key words : Drugs, Macrolide antibiotics, Water quality, LC/MS]

1 (FLC&IC

AR, WORFRIE R H A TR R L HE i 7 & D R 3
#4 (Pharmaceuticals and Personal CareProducts
(PPCPs)) DRBIEH TOREBIIEHIH T o TV b,
FEEE MBI Z Do X ) ICKET S TH Y, KB
Bl LB IS I3 AR RN O BRI W o Bl &
Vo 2HEPFEE SN TV 5,

v M ROBPHOESRG E LTRL S HwshTnd
~r7uI4 FREAEWREIE, TRERLEHEYKZELT
BEHIACHIHIEN TR 2 ez o b L L,
BHICBIT 2~ 70T 4 FRUVEWE O EIEEDZ K
SRR GATEIIME . SN TBE ST, IS OGHEDM
FEREBE T OAAEIRD OB L, B - B 27 %0
BENrHSEETH 5,

G, EEHS BRI O 7074 FRVEWE
11 WEOEEERROATEZHE L 720 T, #ET 5%,

2 EBRHE
21 #EYE
BEWEEZELIRT. 77V AuxA v V5% <7
074 FRIUEWE I3WEIZOW TR 21T 7
22 HE-#HE
7)) ARTA TR,
ADGHEEE T 3ER A b HEE 95.0%
FLT VYA Y0 ABRYERERE
Dr.Ehrenstorfer 100 ng/uL () AEEME & L C) #i
Ji£ 66.3%
Iy RAUYA T A REHES,
AEAE T 368 HPLC A AEE 98.0%
T)21avA Y B,
United States Pharmacopeial Convention # #fifE
99%
TV AURA Ty R,
Dr.Ehrenstorfer # #iEE 97.0%
EESN S is g 7 X1

Dr.Ehrenstorfer # #iF¥ 97.0%

EIILRRBREC 2 —FH 43



1 REME-%

L 5754 CAS®Y  HTE UM JHR
77V A~ C3sHeoNO13 81103-11-9 747.95 747.4769
KA e Cs5He1NO12 3922-90-5 687.86 687.4194
T2 ~Y AT A Cs7He7NO13 114-07-8 733.93 733.4612
=A< AB Cs7He7NO12 527-75-3 717.93 717.4663
TVARYA T CssH72N2012 83905-01-5 749.00 748.5085
nX AL Ca1H76N2015 80214-83-1 837.05 836.5246
nAavA A5 Cs9HesNO14 18361-45-0 771.93 771.4405
Tarw A Ca2HeoNO15 16846-24-5 827.99 8217.4667
Frlavy Ci6HsoN2013 108050-54-0  869.13 868.5660
g CasH77NO17 1401-69-0 916.10 915.5192
P A C1sH34N206S 154-21-2 406.54 406.2138
S e CisH33CIN205S  18323-44-9 424.98 424.1799
Z7ul) LA CisHeoNO12 104987-11-3  804.02 803.4820

®2 WEMEOEZS—aF>, I-CEERVIVI3CER

i ﬁg %; E=H— A (2) Y3 VEE)
(min) (V) TE TETE
— N 48> .

7oy AR~A LY 20.87 26 748.48>158.0 (27eV) Zig:;;;gg E;‘gzx\g
E A N S 18.99 18  688.43>158.1 (24eV) 688.43>544.4 (16eV)
zyAawA A 19.48 30  734.47>158.1 (24eV) 734.47>576.3 (21eV)
YA~ A B 20.28 20  718.47>158.1 (27eV) 718.47>560.3 (22eV)
TIORTTA 16.14 35  749.52>158.1 (30eV) 749.52>591.3 (25eV)
oL AT LY 21.01 30 837.53>158.1 (30eV) 837.53>679.4 (25eV)
A avA A5 20.48 45  772.45>174.1 (32eV) 772.45>558.1 (25eV)
Vahv A 21.50 35  828.47>174.1 (30eV) 828.47>600.3 (30eV)
FLIavy 18.16 50  869.57>174.1 (40eV) 869.57>696.5 (40eV)
FE =S 1991 50  916.53>174.1 (42eV) 916.53>772.6 (10eV)
JrawAfv 9.09 32 407.22>126.1 (27eV) 407.22>359.2 (22eV)
R e % 17.20 28  425.19>126.1 (20eV) 425.19>377.1 (18eV)
A= 28.89 28  821.52>768.6 (20eV) 821.52>576.2 (22eV)

OAf a4y AL R, ¢

ADGASE T8 HPLC A AEE 90.0%
Vatv A R

Dr.Ehrenstorfer # 10 ng/ u L %1/ 98.0%
Fv 3 a ¥ R (RIERREY)

FEASE T8 HPLC L AHEE 98.0%
Ay R,

MBS T M HPLCH  #E 97.0%
) ya~ A IR — KRR
AOEAESE 138 HPLC M 98.0%
7)) v FA Y YRR
Dr.Ehrenstorfer # iR 98.0%
7 u) A ARG,
LKT Laboratories # i 96.0%

4 FUEREREL> 2 -FRH



TEbh=bMYI, XF =)
LC/MS HI FGtiE T3¢ 4
FEEUK
I ) AT H Milli-Q Gradient (2 & O Fi#
FAHA — b v P
Waters # Oasis HLB Plus LP (225 mg)
Imol/L ¥ME7 ¥ E = AV
OGS T3EE HPLC M
2.3 LC/MS OHBIESEE
LC/MS ¥ -
Waters Alliance 2695/ Quattro micro API
LC
LC Hffi © Waters Alliance 2695
719 5 Waters # Atlantis T3 21 mm x 150 mm, 3 um
BEMH A 01% E /10 mmol/L ¥MRT ¥ E=7 4
IR (99:1)
B:01% ¥®-7t b= MV IVHEHE /10
mmol/L ¥H7 v E=v A -7 =YV
L (99:1)

0~ 1 min A:97—8 B:3—15 linear gradient
1~10mn  A:8~—77 B:15—23 linear gradient
10~21mn  A:77—25 B:23—75 linear gradient
20~2mn A:25—0 B:75—100 linear gradient

22~3Hmn A:B=0:100
3H~3PImn A:0—97 B:100—3 linear gradient
351~ 48 min A :B=973

717 AfiH 0.2 mL/min

A7 A 40° C

AEHEAR 15 uL

MS

MS #ff © Waters Quattro micro API

FVNNR— g3 VIRE 1 450° C

dI—VH Aw 160 L/Hr

FNAR— 3 Vit 500 L/Hr

4 F e : ESI-Positive
WE'—F : SRM

BV —A Ky, a-VEERYT) Va VEE

D K 2B

24 HIMIEFE

KB RE 100 mL %, x % 7 —)v 10 mL, HHK 20
mLTaryF 4 yary 7 LzEMA— 1Y v Y (Oasis
HLB plus) 12 10 mL/min ®# & T@K L7z, EAHA —
MU v Y RREEK 15 mL THREHE, EHFETRAE S
mL x 3 B L CEMPoOKRGERE Lz, Zhe 4
% ) =l 5mL THEH L, 40° C LT o2 FE&E T T/ 02
mL FTlEML, A%/ — /K (1) T1mLIZE
ZL,045 um 74 V¥ —TAHHEETV, AR E L7z
25 EEBEHRETRERVCMIEORETREEL CE

PR{E

SE 8 M N BRAE (IDL) M OV A7 J5 i oo B B
(MDL) & = TR (MQL) Ol & OF 1, (b4
BB Y EREREO T51 & CPIK 20 £/ V125t
720 IDL &, BEARIZH 2 BRI O & 7
WIS LlsE L, 4 5 M7z 0 il O BE AR 22 2 I v T
FH L7 MDL #BRICIE, #7KIZ IDL O 5 f5FERE o4
HEYPE 2RI 723 k% 7R L, 58 7 a—I12iEw
B & S0 L 7288, LC/MS THlsE L, &Szl
EDOBEHEAR 2% F TR L 72,

IDL = t(n-1, 005) X g »1, 1X 2
t(n-1, 0.05): fEbaR 5%, HHE n-1 o ()
o v 1: IDL B H O 720 O E A O BEA R # AR 2
MDL = t(n-1, 0.05) X ¢ n-1, v X 2
MQL =10 X g o1 M

EfE ] e WA

Fy ¥ —®EE 125 kV
Y — A 1 100° C
AR
100 mL Oasis HLB Plus

10 mL/min

FEHdk 15 mL e N
Air 5 mL X3

L{ wi | i [ #& |—{ »# [~ LCMSSRM

AH ) =) No T A

A)-vl KK (1:1)  0.45 pm 74vf-  ESI+
5 mL #02mL £T 1.0 mL

X1 SHEO70-F+v— b

FILEEREREE 4 —FEHR 45



t(n-1, 0.05): faki= 5%, HHEE n-1 o t fifl (5 H)
o w1 M - MDL 5 0 720 O M5 filfl O BEAKEHE R 7

3 KREBRRUEE
31 HEABEREL— MY v D OREHER
WSRO FE A T3 % InertSep C18, Oasis HLB,
InertSep PLS-3 @ 3 ffi$H o [ AH o M ik i ) 3l 2 92 h
L7z0 MK 100 mL 1227 5 Au~ A ¥ CEHAEYE 1.0
ug ML, EAIZ 10 mL/min T#lK, X%/ —
S5mL THEM LML 7= MYV 5mL THEM L,
ZNZENORFEAM OB Z K L 7z R % X 2 1R
T o InertSep C18 TIXMINFED 20 % % F Il ) kG
DRFFICITHE S % Do 720 xF LT, Oasis HLB &

120

100 - 3.2 7.6
80
60 - OCH3CN
. EMeOH
40 - ES
20 - 3K
16
0
HLB c18 PLS3

2 HEAEES - ) v D ORERER
(vZVz2A%1 )

InertSep PLS-3 TIXMIHESRIFTHY, T &
LMBWEORFFIE I Y AR LD R = — RO
PHELTWDEEZ LN,

Oasis HLB & InertSep PLS-3 12k x % /7 — )5
mL FHTORPEDIE L, 7 b= MY IVE SO
MbVhroizlzo, Bi L7z 3HBORAHTIX Oasis
HLB 25 b # LT\ 2 &I L 720
3.2 BHBEOBEHER

QOasis HLB I2D2oW T, ~27 154 FR§MAEWE 13 %
SIS % i A 2 MR L 72o K 100 mL (A
W'E 4 100 ng Z ¥ L, Oasis HLB {2 10 mL/min T
WAKE, A% —=N5mLC2HERLZLORUTE
F=FUWV5mL T2HREM L7 D% IR L7,

MREIEIDEBYTHY, THF= PV ERXS
J=VEIET AL, A% ) —IVTHER LA MR
BECWED S 72D, BIHEEIEA Y 7 —uhs# LT
W5 LRI L 72,

WA RICOWTHIET AL, FLVIay v a2kRE
A% =)V 1 HHTOBENTHIARETH 720 T
33V VIZRBORE TR TE LW EA50o
72728, ROMETIEA Y /= 5mL TOEHE L,
3.3 FEEhEKEFD pH Di%ET

K GKESM) 100 mL (AR {45 100 ng 2R L,

R 3 BHBEORTHERER (Oasis HLB)
B (%)
KIEWE AL ) =) T F=F UL

0-5mL  5-10 mL it 0-5mL  5-10 mL il
77V A AT 95 0 95 64 11 75
FLT L RwA v 105 0 105 81 8 89
TV AL A 94 0 94 58 14 72
B D ] 90 0 90 61 11 72
ToAuTA T 93 0 93 64 12 76
S P 94 0 94 62 11 73
uAfavA A5 91 0 91 89 0 90
VatrwALv v 89 0 89 87 0 87
FLIavy 82 68 150 3 16 19
P = 91 0 91 89 0 90
JrasAfvr 119 0 119 80 1 82
VT e 89 0 89 96 1 97
Zrml hA 120 0 121 117 1 117
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pHZZhZNn3 4, 5 7, 8 9& L72doIg,
mL/min T#K, A% /—N5mL THEHL,

77)AuxA T rEELS L OWET, pH3 Th
PEEATE WH SR S NL/zhs, =) 2ux (v A
A% pH3 TR I HIERAMR L 2 5 2 &A% h ), K&
CHRPEMNAE W72 IRB TR B TRE S Z Y, HDH 0
RS B REMEDSRIE STz (R 4) . @ OBRBEAE
@ pH T& % pH7 ~ 8 TIX M MEH D - 72720,
pH Z T 2 59MBEICE Lt o B, RE>
pH RN EWEIZ L o T, pHillEOLED A % G
FTHIENEF L,
34 HH-AACXWI v 7 XZE— FEHEDKE

<7 a 54 FRPEWEIZOWT, WEXLrSHA 4
YRR OB EADSEH T X B REEEAE 2 SNz
®, Waters # Oasis MCX OGTRERZ M L7z, F72,
HIER O FEHEIKIE D pH MG RS F VI a v U hix
MYy 2 AR E R L ZT TR B EEENE 2 Hhiz7:
O, M)y 7 ARG OREEEHNE L7z Waters
Oasis MAX DR & PF & THEIE L 720

AR G - CHFHE), K OKED) 100 mL (24
W) 4100 ng Z 7ML, 10 mL/min Tz, Oasis
MCX &, 2% FMeKEW, WMEKTHRER x5/ —
V5 mL THIL, HIZRT Y E=TK/ XF /)=

10

(5:95) T¥#H, Oasis MAX X7 Y E=T K / KKk
(5:95), FEBIKCTPEEHR, A%/ — N5 mlL THEML
TICFM/ A% 7 —) (298)5 mL THM L7z, GllERE
B AL =),

WWRIIRSDEBYTH Y, Oasis MCX TlE 2 ¥/ —
WEKET VEZTK / AF =V TOBEMTIZEIL
TELRVWYWEPL L, HICHES h) o720 F72,
Oasis MAX 1L 2F V3 a3 v o ILEOLEILED
LN o7z,

PLbEr s, ROFETIEHSEH -4+ I v 7 R
E— FREMIEEH L2V L L L7z,

3.5 HERBDBEHEKDKREHER

TR BN - CHTFHE) RO ORI 100 mL 12
FEHEME 45 100 ng Z WML, 10 mL/min CTHEIAHIZHEAK
BAy /=5 mL THILLZLDEZREBRRE Lz, &
BRI OB Z A & 7 — v / AEBK (14), X% ) —
Vo REBK (1), A% 7 — )V EEEL, [ UEEAK
DREHE G & QRO A2 1T > 7R %2 K 6 [TR T,

ROWETIEA S /=) / KB (1:4) DM O
BIERAME S 7 2SR S 1, FRICORIFRG I 250% B
Ews 70 AXATHETH 720 25— / fEH
K1), A7 7 =IO T E B2 213D >
7oo B, Yy I —CEBYHEEGHO—DOTH LT

£ 4 @KEED pH D& ERIER (Oasis HLB)

IR (%)

RIRWYE pH3 pH4 pH5 pH7 pHS pH9
VA S=t G 100 91 88 88 80 83
ER A e 101 89 96 93 90 78
Ty AL A 9 60 86 91 86 81
TYRAa~vAfT B 97 89 85 85 75 78
TVARYA T 99 91 88 91 82 82
n¥ARYA T 87 94 85 88 76 84
oA avA T Ab 100 89 97 80 81 67
VathvA v 95 86 97 78 82 64
FrIavyv 164 116 47 152 100 139
L= 93 89 93 84 81 69
VoawAfvy 98 96 103 87 91 88
VA e e 115 104 109 101 94 89
27l AA 105 95 100 78 85 57

FILEEREREE . 4 —FR 47



x5 FHE- A CTH]I v 7 IE- FEBEORETHRER

[FI = (%)

HEIK )1k
R MAX MCX MAX MCX
MeOH &i%ﬁ #F MeOH ﬁﬁgﬁ #F MeOH &i%% #h MeOH ﬁgg% 2
soyRnesvy 84 0 84 0 0o 0 90 0 90 0 0 0
FLTUEwdvy 62 10 73 0 33 33 8 5 89 0 26 2
TyRuvALVA 85 0 85 0 0 0 87 0 87 0 0 0
Y Aa~vAfT B 84 0 84 0 1 1 94 0 94 0 1 1
FURmTA 83 0 83 0 0 0 90 0 9 0 0 0
mEvAmefvy 83 0 83 0 0 0 87 0 87 0 0o 0
HA AT AB 63 3 66 0 o o 78 2 80 0 2 2
SEERYOS. 60 1 61 0 0 0 80 180 0 0 0
FLrIavy 164 1 165 1 161 162 126 12 138 0 183 183
sausy 66 3 69 0 o o 78 2 80 0 0 0
PRI 83 0 84 0 79 79 64 0 6 o 18 T8
e 79 0 79 o 8 8 78 0 79 0 82 82
5ray s 40 0 41 75 0o B 6 0o 7 101 0 101
6 AEBRBROBEMEK DI HERIER
=R (%)
. F)-WREROR(14) AWK (1) AH =)L

HEMR L T e s o w0 @ 9

yoyzmeqyy T8 80 79 88 82 8 89 87 88

FLTFkwfor 89 89 89 91 68 79 90 75 83

=yamersoA 8 8 8 89 8 87 83 86 84

=yamvsooB 80 81 80 83 81 82 83 82 82

yoamessy 78 84 81 92 87 90 91 89 90

byoamess. 83 82 83 93 89 91 92 97 95

niawii A5 86 66 76 90 63 76 89 61 75

SEERIOS, 82 63 73 91 62 77 90 59 75

FATavy 93 165 129 92 116 104 100 104 102

V7 7 H 26 WEIZOWT AL L Lok HHZEEL TV, TOH 5 L TREMHO LK

REBLTBY, TOHIHLANT 777 = SEKEED
EWIE TR E X ¥/ — VT B EE— 2 BRD
EALSRO LNz (K3), ¥~ 70T 4 FRUUVEWHE &4
V7 7 KIOFIEFH O REVE S BLEFIZ AN, RO
WAaxy 2 —n /KA & Lz,
3.6 BEMHERUVHTLOREHER

WeEH T 5 E LTHME Waters B XTerra 77 5 2D

48 FEUEREREtL> 2 -FRH

HAEAT o7 BHRMICBIT 52707 b7 T A% 4R T,
¥/ 7TEH M= PINLVREXR X5 ) —VROBD)
Tz )24 Yy ERWELZBY N T A% K
Lzt s, ¥/ 7 b= M) VROBEME Lzh
MY =7 KRB R TH > 72,
RIZFW,/ 72 = ) VROBEMT 3 FEDONE
715 & (Waters # XTerra, Xbridge M OF Atlantis T3)



AL =/ AERK (1:4)

AL ) =)/ FERIK(1:1)

AH )=

K3 RIWIT7TT

ZOCDBREMEKREEA 7O NT T L

20ppb-10%CH3CN 10uL HPCmix1+CAM XTerra 3-43-98(1-13-22)MeOH_D3_MRM

2013_160

3: MRM of 5 Channels ES+

7 20.21 748.48 > 158
147 A : XTerra 3.24e5
1BEE - XWR X . N
<] ) ) 2a~vA v
£ B93%(0 1 min)43%(17 min)-98%(2b min) 7 © 1
0’ (é%)HﬁnJILt*ﬁ:)
18 00 ‘ 19 00 ‘ 20‘.00 ‘ 21‘.00 22‘.00 ‘ 23‘.00 ‘
2013_218 3: MRM of 5 Channels ES+
17 A XTerra 20.27 748.48 > 158
1 B ¥R XA Y S — 3.04e5
- \oj B%:3%(0 — 1 min)-43%(13 min)-98%(22 _
4 min) 7V AR A T
] (%ﬁ)ﬁﬁz’rx 67 /= /1/+ 7 Bi)
18 00 ‘ 19 OO ‘ 20 00 ‘ 21‘.00 22‘.00 ‘ 23‘.00 ‘
2013_208 3: MRM of 5 Channels ES+
- %% 1 : XBridge 2110 748.48 > 158
1 BB XEXBTER=RUA 3685
] B%:;%%(O — 1 min)-43(15 min)-98%(22 Sy ALY
1 min,
0:‘“‘\‘(‘7]‘?75?‘)(‘]3\11(11‘;6;:\&&)\‘““‘w‘“‘\‘“w“‘w“‘w“‘w““
18.00 19.00 20.00 21.00 22.00 23.00
2013_190 3: MRM of 5 Channels ES+
7 %5 A : Atlantis T3 21.56 748.48 > 158
] NS 4.23¢5
] BEhME X/ ¥®m7 k=1 UL
5 B%:3%(0—1 min)- 43%(15 min)-98%(22 min) VAR A== A
(#' T 2% AtlantisT3(Z T)
O A A B B U T Time

18.00 19.00 20 00

T
21.00

22.00 23.00

4 BEMRUAILEEBELTCAELAZ7AY NI T4

TMELZ7a~ M5 L% iEd 5L, Atlantis T3
Mieb €= 7 BIRPRIFTH - 72,

EoT, BEMIIFE T h= M) LREL, HE
A1 7 A2 Atlantis T3 #RH$TA 22 & L7
37 OA43AYA Y DBRIFEA A > Di&EE

oAfa~vwA i, Al, A3~A9(A3 =V at~A
V) FEOERG DO R HREWT, A5 (mw 7719) 23
HIB G ThHDe A7 2= a VHICE)TAANR
7 MVEERLELEZARDREIVAF VI m/z 8046
T, ZO7ay 7 MM F I r a5 4 FRIERIN %
TR M T D1 OO m/z 1741 H3HY), uAfaw

AT VHEDAF DL THo7z (W5 KUK 6), %
B, mz3046DTuy s b X L Ilmiz T725 HIERK
T5H5ZE05, m/z 8046 1F A5 ®© [M+H+32] " & il
&M 72(32 = CHsOH &4l o

ZIT, ARG THHUA T A v AL DR,
EAFL, AXRZ MEHRRLEZA, [M+H] "I274Y
T Amz772 L, T XY iEwvigE Tmz 804
(IM+H+CHsOH] " & HEill) 23l &z (X 7 2 — Vi
&) (7)o
ZDZ &H 5, DrEhrenstorfer o f a< A1 > A5
A ORI, AR s ouf a< 4 Y v A5 (mw.

We A v 7a—Ta il

EIILRRBEREC 2 —FH 49



1ppm 10uL/min Cone30V
LEUCOMYCIN_MS1-3 42 (0.776) Cm (6:49)

Scan ES+

80434  8.04e6
B
] 1805.47
100.32 772.34 046,25
174.16

1 ‘ 215.16 37107 544‘_23612\.18 734‘.23HH \ 47.19
3 Frr e e e e e e e e e MYZ
100 200 300 400 500 600 700 800 900

K5 O43a%14>DIAANRYT ML(m/z 100-900)

1ppm 30ulL/min Cone30V,30V
LEUCOMYCIN_MSMS-2-2 4 (0.074) Cm (1:15)
17a.14a

Daughters of 805ES+
1.78e6

0
&
215.16
804.63
803.79|
388.23
L l 216.34 ‘ 558‘_33 772.53 B805.61
346.19 559.42

kS by T T T T ‘w T T T T T 1 m/z
100 200 300 400 500 600 700 800 900

M6 7AZI7h1A>D<X

K7 Oq14av1> > A5

7719) # B & 54 Al, A3~ A9 FEORAW & KW
Eh7z(K8),

B, KON, AR ouf a4y A5k
MatE & L7
38 AL T7URITA4I IOV T
RMFATHEA LA LT v F~ A ¥ VRS (Dr.
Ehrenstorfer) O 1L 663 % TH 5. L% SRM
THMELTHDL ERMEHEEZEZ LN E— 7 IS
N7z7z80, R L7 EENIEEO R ROREW TH
%2 A SN2 (K9),
3.9 BEMEZFHGOIRE

50 EURREREE> 2 -FR

- =
#n

Z~NYT ~IV(m/z 804.6)

NDIYXZINRY NV

79 Aav A Y v EELRBESFWE 13WED )
L, VravwA vy 9094) Ly ra) s (2889 47)
< 11 WEORFERERIASERE L T iz/zo, 21 4512
B:75% &b L) rsy sy bEEH L%
Bl 72, #7080 A ADRFEERPEVWD, Kk
W2 B:1100% & L, VoM EZy 709 5 205N
PO 55%D B IETER L, BREHICBIT 559
BRI % 4 10 1SR T
3.10 ¥O4 — NHEOHKE

7o) AuvA Y ryoYruy— MEol iR T
Xhdolzd, uxizuxfrovusyr—vmE



A5
1Ry T
A9 A7 I A ae
A8 l
l | )

X IMAH], OPAZ X [M+H+CHsOHI " £ & 2 515 32amu K& WA F 2K T,

8 Dr.Ehrenstorfer 804 O

YAV ARERDYZANRY MY

5: MRM of 13 Channels ES+
688.43 > 158.1
3.37e5

“— FLTURvAvY

RMR LRSI D E—7

18.40 18.60 18.80 19.00 19.20 19.40 19.60 19.80

B9 #LT7LRvAIUiE

20,00 20.20

(=do) DS N T W72z, i Z KA L 720
Yor—MWE 1 pg/mL #EBIEAL, A1 T4
TWEDOEEREMALZEZA, 75 Auvf v
ROV T v F=A v v EM—OEEHICE X MY —
IR ENTZ(K11) e Lo T, KGWrEiciEyasr—
MEIIEH L 2wz & Lz,
311 &EEMRHTER (IDL) R H TR (MDL), EET
FR (MQL)

IDL #% 7, MDL, MQL %# % 8 12773

IDL 12 0045(% 70 A &)~ 21 ng/mL(7 Y Aa~<
43 >),MDLI1Z08(7 5V 2u~<4 ¥ >¥)~16 ng/L(7
JAURA YY) ThHholze TIAUIA TV EFIVI

20.40

- =
%

2060 2080 21.00

Dy ax I35 L(SRM)

21.20 2140 2160 2180 2200

I VIFE I IOMWEORBIILYIEDOY N v 7 RF)
RO LM H0, ERMEICHEND 72720, [
BT C & v &I L 720
3.12 AMBEUREERHER

AR QBN - CHFHE), K OKED) 100 mL (A
HEYE 4 30ng 2L, 10 mL/min T#@K, A%/ —
V5 mL THE L7z GEBREIE A Y /=), fiRkeR
91T

KT, BERIERER#ERTH o 7225 KT
oA avA4 Y yA5 VatrvwA4 vy, y4avy,
7 0) KAADT0 % A, FUITT U120 %L
ol

7
=
=

FEILRRBEREE 2 —F#H 51



M10 SEWECBBERETHELLZ7AT M T4

CS_8mix_1ppm_NativeCheck_5ul_3-15-23-75-100(0-1-10-21-22)ACN

2013_492

5: MRM of 13 channels ES+

¢
s
- § ]
K11 AF 207122 -dEEESO IO NI T L

4 TE&oH TELHGMEEHETE 7,
BYWHERN DO 1D THE~2r7u5 4 FRIUEWE B, AWFIEIERBEE RO TR 25 46 AL S B 50
13 W DLW Rk 2 et L, RokRE 57, T B FETAT B O RE, 26 4F B LS B BB gL RE i A (B
@® K&uaﬁmmnm%@wﬁ—bvamﬁm& R BRBE A AR & HE L CER L 72,

AE 7 —VTHBL, B E x5 2 — v /8K
(LD \ZFH% L 72#, LC/MS/MS(SRM i) THlEd %
HgEThy, KR oO~rsvT 4 FRIVEDE
BWEo b7 YvAuRL Y rEFNVIay R
< 1L WEORIEEGHTZ#H T & 7z
@ SRR~ 27 054 FRPUEWE 11 WHEIC
WK B DMK % T 72 @ DGR ER Gy )l
ki 300 ng/L, #/KIE 20 ng/L (ZFEE) o EILEIZ
FRFENT3~91 %, 60~92% Thoio
@ AREOKMTHEIX 08 ~69 ng/L THhH, ¥k
HICHAET 2~ 7 07 4 FRIUAEDE % 5K B

DWW,

52 MUERBERELS 2 —FR

X ™
1) BBARO BRI R SR R BB SE & 4xik © 1L
PIHBIRERER A IO T51 & (P 20 EEEM),
Pk 21 453 A, 2009



R7 KERHTBR(IDL) DEHFER

. e o , IDL
Ak Bt A A i IDL B
W woown o om0 e g S sn 0¥
(mL) (mL) (ng/mL) @L) %8 (ng/mL) mL)* (A ?
ng/L)
IV ArwATy 100 1 0.200 5.0  0.207 0.0143 0.056 056 12 6.9
FLTY RwALr 100 1 1.75 5.0 1.71 0.187 0.73 73 11 11
YA A 100 1 1.00 50  0.953 0.0648  0.25 25 11 6.8
Ty Zm~wA>B 100 1 1.00 5.0 111 0.0974  0.38 3.8 99 88
FUARTA 100 1 10.0 5.0 9.97 0.541 2.1 21 88 5.4
n¥AunwAr 100 1 2.00 5.0 2.04 0.164  0.64 64 13 80
nAfavA4 A5 100 1 1.00 5.0 1.00 0.114 0.44 44 80 11
TatwA Ly 100 1 1.00 5.0 1.08 0.118  0.46 46 93 11
FrIay 100 1 5.00 5.0 4.97 0.396 1.5 15 13 8.0
L e 100 1 1.00 5.0 1.08  0.0731  0.28 28 91 68
JIEE e 100 1 0.500 5.0 0511  0.0418 0.16 1.6 88 82
VAZ & Z 100 1 1.00 5.0 1.10 0.102 0.40 4.0 12 93
Zraly LA 100 1 0.200 50  0.198 0.0116 0.045 0.45 13 5.9
* IDL =t (n-1,0.05) X On-1 X 2
#= 8 MRHETBR(MDL) RUTEETER(MQL) DHEEER
., e BE7 3
e RURHR 20 W o, e
et GE e R s o) oy @ MDL MQL o\ ()
e gD 0 ngr) D gr) ML) Gl
& S (ngm) 8 8
7 ) 2u~Ar {fipk 0.300 3.00 ND 0.93 3.83 0.206  0.80 2.1 23 5.4
FLT v RvA Ty MK 1.75 17.5 ND ND 14.9 1.74 6.8 17 10 12
TYRRTA A K 2.00  20.0 ND ND 18.1 126 4.9 13 13 7.0
TYAu~vAr B K 2.00  20.0 ND ND 18.1 1.79 6.9 18 15 9.8
Vo= G K 2.00  20.0 ND ND 31.5 414 16 41 9.0 13
EE P SR P A VI3 2.00  20.0 ND ND 16.9 1.66 6.5 17 11 9.9
A awA A5 #HEK 2.00 20.0 ND ND 16.5 1.50 5.8 15 15 9.1
TatwAfr WK 2.00  20.0 ND ND 15.8 142 55 14 11 9.0
FrIavy [Z%N 2.00  20.0 ND ND 45.8 2,93 11 29 69 6.4
P = K 2.00  20.0 ND ND 16.9 1.43 5.6 14 71 84
YyyawAfy ik 2.00  20.0 ND ND 19.0 128 5.0 13 29 6.7
VD A o4 1% 2.00  20.0 ND ND 20.4 159 6.2 16 13 7.8
A7l KA ik 0.300  3.00 ND ND 1.61 0.306 1.2 31 11 19
F9 AMEUEERER
[F1I 2. (%)
PoEL7/4EY 117K K
fEm AN I RN
77V Aa~vA T ND 82 ND 82
A e e ND 90 ND 92
TR AT A ND 86 ND 85
Ty ArnvA v B ND 75 ND 74
ToAUTA Y ND 82 ND 85
= =t ND 76 ND 78
nA T A ND 81 ND 66
DER e ND 82 ND 68
Friavy ND 100 ND 148
AL ND 81 ND 69
JyvawAfvy ND 91 ND 91
IV HE~w L ND 94 ND 90
2 ra ) WA ND 85 ND 60

mEILRRERE > 2 —FR
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FILBIRIEFREE > 2 —F#H 39, 55—63, 2015

[FAEMZ]
WEMIZBIT 2 KEHGE A H = X 2O
—WEMER,PSDY) OB EEIZOWT —

Elucidation of water pollution mechanism in Lake Kojima
-Study on Phosphorus Elution Rate from the Sediment of Lake Kojima-

AN, @IE5, pEAE, AR OKERD

Kazuo Fujita, Hidefumi Kaneko, Takuya Nakano, Jun Yamamoto (Water Section)

£ F
8 WA, AR VLGRS D) Y I EEIZ O W TKIR 7 ~ 30T, B CENEREZIT- 72
A, KD BEHEMEMEN T EEHEEIRAE L, 0~ 27 mg/m’/day DHPAIZH > 720 KEOEFRESE (H
SEIAE) IZEIHAG S AT E BT AH O, 48 4 )T 5.3 ~ 14 mg/L, A8JIII T 5.7 ~ 13 mg/L, i
LTI 6.0 ~ 13 mg/L O#iPHIZH > 720 FH DY) VIEMHBEEOELE R L/-L 2 A, 4 H)IETEHTIZO0 ~9 mg/
m%/day, BEJIIITIE 0 ~ 13 mg/m*/day, #.0TiZ 0~ 11 mg/m*/day OHFEPAIZH 0, 1K OHNETRD S D

MDY HEIX 12000 kg EHEE SR,

[F—T—F U, KR e

[Key words : Phosphorous release, Sediment, Lake Kojima]

1 EC&®IC

AR DR E M OKE %2 B 50 FA L KT 5 &,
COD, ZZFIIOWVTERHEVRONLY, &) D
EIE— R ER R SN b O ORI TIEHIE W THER
LTBY, HSHREEENIIAON TRV, Bk
12, WO D4%FE (T-N) 13 1.1 (mg/L) CPIK 25 45 B
W)Y &, BEIENE (1 mg/L) 2 Bl TWw 5 S 00
VRIS B —T7, 4V ¥ (T-P) 13 018 (mg/L) CEK
25 AEFEEIAE) Y &, BrEEskE (0.1 mg/L) OF 2 fE i
THB? LTwb, COERD—2L LT, KR,IHD
IEFERE ) v o, BELEALOWANEZ LN TH
D, [5 6 WA E IR AaFHI | <l E Bl o KB G#
H = A LD T, KRS DY VEHKT-I2B
TEMEIRE SN T W5,

ARFFETIE, AR OTAFINC BT BRSSO
VEINEONIEL ZOEREFHT 2720, W0 K O
Ao VERRREZ BRI 22 Ex HWE Lz, )
YR EEAUKIR I OEAFERFIC L ) EOREELT 5
WEHFMRDL 72D, FWATI 2 Ho i S O 1 b TR
H OB A 2 B (S O SM) %

fro7ze PiET, RTOBEHFBRIREOWER ZILET 5
7212, N 2 Hu TR OB AR IR % Ol E 2 4T o
720 F7z, WNDY) YN O W 7 5540 2 5 72
DT, WA 22 H A TR LEREORB AT 5 & &
bIZ, HNFEBROKIL 4 BB, HRESM)ICE D) Vi
WEZWE L7z $72, 55N VI & B AR
F L OB, £ L CHNTOERBEFRFENER IS,
WIN 2 M TOER DY) VFEHEEDOELZHER L, W]
WORENDZE 2R L7z

2 MBBLUVFE

JECTRERIBUHL f 0, 45 o W T, AR, 0 (A
K34 1 35 43 02 70 HURE 133 £ 56 2 41 oo Hust, DUF
03] &35) (K1) THOEt12 (201344 A~
20144E3 ) =y 7 < VERRERICK DIRIB L 720 KBTS
FWBFET 4 v F— - 7IALF M)y a5 Y TlE
L, P& TaEEN ORI EAREE JFE T F
N7y 7 B RINKO W) % #% il LIEJRZERE 2 5 50cm
B DA R FRIR L 2 il e L7z

JEJE O ML (RZ M0, WG R, COD, T-P) i,

EILRRBREC 2 —FH 55



56

\—

@ Er®IAn

® #bv3

O REJIIAO

BCE PAE I U T Lee E 72, KRR L —F W
2Ok B850 A W e 1 (s EpT I SALD-3100) C
e L7z

WIERIZ, 1L A8ICKIRE 200mL, A¥ K%
700mL A, HFRSMHTIE, BREAKZE A TR LI
SIRTE (IBEE#E > 6mg/L) #MEFF L7z (X 2). F 7228
RN AR IR AR Img/L ML e o7z b &
BREBPRTHILICL DV BFBEREZH 05mg/L
L7 B, BERIBETARER (V-1
Y ABNMIL0), FIXERAT AR VA G 99.995%
PLE) 55 L7ze IHEBROKIRIZOW TR, Hilk

o 1 2 3 km S T 3 (e 5 LT, ABOIT T, #0) ©
1 TS DIRARBEDKIRZ S Z124 12 14T, 5 513 20TC, 6 A
1 26C, 7 H1227°C, 8 HIX30C, 9 Hix27C, 10 H
1 19C, 11 Hix167C, 12 H128C, 1 Hix6C, 2 H
5T, 3AIR 14T E L7, LY ~ (POP) 12,
T HE K ERBRE: KO102Y 1238 UCllsE L, WAERR 313,
AR FEET (B AR YK-200PDO) Tl & L 72,
3 BRPLUEE
3.1 EEOHIRAE
26102 3 (G o )T, I, 0 3) T
X2 AHER DOERMER R ERT, KiEZ HHTHEL- L 25,
x1 ERRATSER(ELEIAO, ggIE0, #03)
- e | k= REVHE ORP T-P
HEH o) | mEw (EEY (V) (ng/2)
4.8 12.8 68.9 28.6 -207 3.35
5.13 20.5 69.3 16.6 -215 2.36
6.3 - 68.7 17.6 - 2.32
g an H26 7.14 27.0 63.2 29.4 -180 3.46
8.5 28.2 721 16.4 -288 4.10
9.11 26.2 65.2 177 -239 410
10. 27 18.5 53.5 94 177 1.22
4.8 13.9 66.2 13.0 -201 3.2
5.13 21.0 64.0 11.1 -205 1.8
6.3 26.0 59.6 26.6 -267 1.0
BEJIAO H26 7.14 27.5 65.9 27.8 =270 2.3
8.5 31.0 72.6 14.0 -281 3.3
9.1 28.7 66.2 141 -237 11
10. 27 19.0 60.7 13.8 -187 0.5
4.8 141 65.0 11.9 -163 1.93
5.13 21.5 72.3 13.8 -189 1.23
6.3 26.5 42.2 5.4 -120 3.37
I3 H26 7.14 27.5 41.9 5.2 -265 0.94
8.5 29.0 477 6.3 -316 2.09
9.1 29.5 44 .8 6.7 -243 0.44
10. 27 21.9 41.3 5.6 -290 04
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it 2 RN R SO R, 0 3 I3’
THOROMEDPRELILZRETH > 720 LR T %
(2000 um BLE), #(625~2000um), ¥V b (39~
625um), it BIumLTF) DXGTHET L L, Hll
SE W N T ORAEDOIGEIE, 8 W25 22 um,
ABEJME283lum, #W032720um TWIND VU
F3%h otz Tz, KRB O T-PCESME) 1, # 4 i
NI T 29 mg/g, AT 21 mg/g, 03
1317 mg/g T, WMEAERESRAT L 72 4 b2 (58 300G, Ak
4G, 01, W0 2) OFR Y & T 2 LREO AN
TG J N0 2 1230 WETH - 72
3.2 UiRHEER

D EHERICOWWT, &K T ORI Z M 3-1
~M3-31TR T, WTNOMWETY, MRS THAS
&0 HHEHRED D - 720 F KB WIT EHH
EE DS ME A - 72,

BHGEE 2 KRS LTFay FLAEDOZK 41258
To U riEEEERTRE, SOk YT,

_ . - (Topt = TP
Vp = Epp pp

TRINTV Do BAFMRIREORE N O FaEKin &L O
PR ZRE L, TR TELL 720

Vp — EDP . ﬂDP = (Topt = T

7272 L, Eor: V) > ¥ H#E 42 % (mg/m®/day), 6
pp: 100 ~ 1.06 D4R% (=), Topt : H#AK (C), T:
AKi (C), n: k¥ (-), Ea: WAEMRZIEEICHET 5%
¥ (L/m*/day), Eb: iS4 #2455 (mg/L),
DO : AR HEIRE (mg/L). & 2 CHIMHEEICHET S
K nZ2FEL, U Y EBRE Eoe & A7 HR R E O
MEE LTwd, NP0k 2 LME< 1L
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IR & R a I fAbN, HRIRBIZBIT HHKD
V3 |3 SCHRIE O 47 mg/m®/day Th - 726
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W0 3 TlE 6.0 ~ 13 mg/L O#PFAIZH - 720

FNEBRTH SN2 IEH A & BEER R IR L O
HKIROBR, & LT I, A8 L 05O
3 Mo LD RS DA R BE K ORI OHERE 20 5, 4R TH]
DY) YEHEREOHEREZHER L2 (16 (D). U vt
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Elucidation of water pollution mechanism in Lake Kojima

- Quantification of Phosphorus Mass Balance of Lake Kojima -

AN, @IE5, pEAE, AR OKERD

Kazuo Fujita, Hidefumi Kaneko, Takuya Nakano, Jun Yamamoto (Water Section)
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EBEINze ZOE X)) ViEHRIE 1~ 25 t/ FOHBHNIZH D,

) SEMOKENDOREIL 1 ~ 22% LRSI,

[F—T—F: V>, kR &l BEW]
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Elucidation of water pollution mechanism in Lake Kojima
-Estimation of Pollution Load from Paddy fields of Miyakorokku and a Paddy field of Hachi,
Hachihama-

REHANGS, RO, &3, AR OKERD

Kazuo Fujita, Takuya Nakano, Hidefumi Kaneko, Jun Yamamoto (Water Section)
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[Key words : COD, Nitrogen, Phosphorus, Paddy field, Pollution load]
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Study on Chironomidae in Sediment of Lake Kojima (2)

HEHANYS, @3, pERAE, AR 5 OKERD

Kazuo Fujita, Hidefumi Kaneko, Takuya Nakano, Jun Yamamoto (Water Section)
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[(F—T—F: 227, WEMN

[Key words : Chironomidae, Lake Kojimal]
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Survey of Environmental Radiation Background Level in Okayama Prefecture (3)
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(Environmental Radiation Section)
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EEOWEHPAIL 30 ~98nGy/h TH 0, Fik 24, 25
FREDOWP BRI L MO TH o720 Tz, P34
JE~EIK 8 AEFEIC Y & v & — AR AT o 22N D 22 ]

p R (299 ~ 167.8nGy/h)” DFEPAN T dH - 720
32 WMEMUBERVFRE
3.21 +i#

SR 24, 25 AEE DA B VT, Bd » Cs-137 D
BEDSIR Al i & FBE L CRidr o 72720, ZOJRIFIICD
WK L 720 B4 BT B HIERE T 7 F BHED
DOMDUGIHAE L TBY, #BEOKERIIR OB
T AHBEICIUN S NE RIS X D ARICE 2B %
BOBETZEITEY, WROTHE LEICE Y 7 A0sEK
LRTVIREE o720 TR AVHEEZ SN D
EoT, Ay ¥ aBRET LIS L LCEYITRW
EEZOENDTD, BLIZOWTIEMASEEN BT D
TIERRECL, WE L7z

IO LR EHEREICOWT, i 26 SEEOH

RS o PR 26 FEEEDMIERE RIS OWT, U-238 1
12 0.009 ~ 0.029Bq/g 2, Ra—226 #2 % 1% 0.022 ~ 0.084Bq/
g7, F iR 160 ~ 380mg/kg 2 TdH - 720 Cs-134
ZETOMARTHINE N, Cs-137 2EE1E ND ~ 74Bq/
kg ThH otz Tz, HIERIUGIIAZZEE L B4 D
WEAERIT TN BN E R L XV TH - 72,
B4 B TP 24, 25 FE L RIBROBEMTH Y, K&
EALIZRRD SN o Tz

3.2.2 MK
WK O 2 AE R E T H LSO WT, Pk 26 4F
MEAs R A2 R T7IZ, P24, 25 FFEOWERFREES,

9IIRT o P26 FE OB EARIZONWT, & TOM
1R U-238, Ra-226, Cs-134 M UN Cs-137 I3 M & L
oz FIEEIZND ~ 024mg/L, Rn-222 & 1Z
ND ~ 1.06Bq/L T V), Pk 24, 25 4R & [A Ak ]
ThY, REGEEEDONLh o7z, F72, FiEE
T4 TOH R B TR KR O B (08mg/L)

EREREEF AT, PR 24, BAEEONERSEEES, 6 ETH-TBY, BHNOAKMAMOFERLEY L131Z
F*2 HBHEESHEACLI2ZTRE yRREXRDATERER (H26 £E)
B{ : nGy/h
. H26 £ & H25 & H24%E &
,Elr—'ﬂ ] b \:H b ] 2 P-4 0 2 Pl \:H e e s e i s
Al 108 106 102 107 102 ~ 108[{102 ~ 107{101 ~ 109
A2 104 102 95 103 95 ~ 104{96 ~ 102[{90 ~ 103
A3 75 12 68 14 68 ~ 15169 ~ T77[68 ~ T
B1 74 10 67 69 67 ~ 74167 ~ 70[69 ~ 70
B2 99 98 91 95 91 ~ 99(89 ~ 9690 ~ 096
B3 18 16 14 11 14 ~ 78|71 ~ 82[75 ~ 80
B4 54 52 49 48 48 ~ 54148 ~ 53|46 ~ 52
Gl 99 90 88 90 88 ~ 99185 ~ 99([8 ~ 89
G2 94 93 90 90 90 ~ 948 ~ 96|8 ~ 89
C3 85 79 11 81 71 ~ 8|71 ~ 91[74 ~ 179
D2 87 84 18 81 18 ~ 87718 ~ 96|76 ~ 80
D3 98 93 88 95 88 ~ 098178 ~ 97[87 ~ 93
£33 H—ANARA-RKIILDEHEyFRERDRATHER (H26 FE)

B4I: nGy/h
gy FIEEH E2m $53m A HIGLERE | H254FME | H2A%EfE
X II 5»' ;IH

AEE RO MR [WEEA A BEE WEEAO BEE NEEARREE| | MERE | AEREE
Al H26. 6. 16 96 H26.9.17 98 H26.12. 10 94 H27.3.117 98 94 ~ 98|92 ~ 96|86 ~ 96
A2 H26.6.18 86 H26.9.17 86 H26.12. 10 80 H27.3.5 88 80 ~ 88|80 ~ 88|80 ~ 106
A3 H26.6.16 | 51 H26.9.25 [ 51 |H26.12.17| 58 | H27.3.18 | 53 [51 ~ 58|49 ~ 54|44 ~ 50
B1 H26.6.16 | 61 H26.9.17 | 63 |H26.12.10| 55 | H27.3.17 | 53 [53 ~ 63|56 ~ 67|54 ~ 58
B2 H26.6.18 | 82 | H26.9.17 | 84 [H26.12.10| 88 H27.3.5 84 |82 ~ 88|76 ~ 86[74 ~ 100
B3 H26.6.12 | 61 H26.9.25 | 69 |H26.12.15| 68 | H27.3.17 | 67 [61 ~ 69|62 ~ 68|66 ~ 92
B4 H26.6.18 | 37 | H26.9.17 | 33 |H26.12.15| 30 H27.3.5 37 |30 ~ 37|30 ~ 53[22 ~ 36
c1 H26.6.17 | 86 | H26.9.24 | 84 |H26.12.11| 78 [ H27.3.18 [ 78 |78 ~ 86|72 ~ 100[ 72 ~ 100
c2 H26.6.17 | 90 | H26.9.18 | 75 [H26.12.11| 71 H27.3.6 71|71 ~ 90]72 ~ 82[70 ~ 84
3 H26.6.12 | 67 | H26.9.18 | 65 | H26.12.17| 70 | H27.3.18 | 67 |65 ~ 70[65 ~ 74[68 ~ 73
D2 H26.6.17 | 69 | H26.9.18 | 67 [H26.12.11| 64 H27.3.6 63 |63 ~ 6962 ~ 64[65 ~ 70
D3 H26.6.12 | 75 | H26.9.17 | 78 [H26.12.11| 74 H27.3.6 69 |69 ~ 78|66 ~ 78[71 ~ 80

EIILRRBEREC 2 —FH 9



FSEDORRTH - 720

4 FLH SRORM

PR 26 AFBEICFEME L 72 RIS B 1T B BRETIUHT BE N
777y NHARRIE, P24, 25 SEBEOWERR
EFBRDMEIATH D, BB MFED LNV E 2%

{LIZFRD LN h o 720 221 y BAREE (h— 1 A —
F ) IOV TUE P 3 A BEE~ P 8 AFFEIC Yt v & —
DT o 12BN OWAERE R OHPANTH - 72,

Z2 1]y MR O K O O EAS R R B S5 12 D
T 3AE M OMERE K7 & RN OB S RE DN v &
77 FLRLVERBTE/-LEZONS, THOK

F4 TBEOMSFMEMERV FREAERER (H26 £F)

90

. - U-238 Ra-226 F Cs-134 Cs-137
AETVT | RBEAR | g/ 0m) Ba/g8s) | (me/kes) | (Ba/ked) | (Ba/ked)
Al H26.9.17 0.028+0.002 | 0.084=+0.007 310 ND ND
A2 H26.9.17 0.022+0.002 | 0.061=+=0.006 170 ND 1.1+0.2
A3 H26.9. 25 0.016+0.001 [ 0.051=+0.005 160 ND 2.1+0.2
B1 H26.9.17 0.009+0.001 | 0.022+0.003 200 ND 2.4+0.2

B2 H26.9.17 0.029+0.002 [ 0.073=+0.006 220 ND ND
B3 H26.8.12 0.023+0.002 | 0.043+0. 005 200 ND 1.6+0.3
B4 H26.8.12 0.018+0.001 [ 0.034=+0.003 210 ND 7.4+0.4
C1 H26.9. 24 0.025+0.002 | 0.060+=0. 006 260 ND ND
G2 H26.9.18 0.017+0.001 | 0.047=+0. 005 380 ND ND
3 H26.9.18 0.019+0.001 | 0.034=+0.004 230 ND 4.0+0.3
D2 H26.9. 18 0.010+0.001 | 0.035+0.004 310 ND 1.0+0.2
D3 H26.9.18 0.016+0.001 | 0.043=+0. 005 180 ND 1.2+0.2
ND: TR tH D BB (FTER R 2 00 318 5 1)
x5 TEOBSMZERV FIEENTEER (H24 F£E)

il = | - U-238 Ra-226 F Cs-134 Cs-137
AERIVT | RREAB | (g /ea) (Ba/e) | (mg/keds) | Ba/ke) | (Ba/keds)
Al H24.8. 27 0.028+0.002 | 0.074+=0.009 310 ND ND
A2 H24. 8. 29 0.029+0.002 [ 0.052=+0. 006 230 ND 2.2+0.3
A3 H24.8. 27 0.016=+0.001 | 0.034+=0.004 180 ND 5.9+0.4
B1 H24.8. 27 0.009+0.001 | 0.027=+0.004 210 ND 2.6+0.3

B2 H24.8. 29 0.036+0.002 | 0.078+=0.009 280 ND ND
B3 H24. 8. 29 0.024+0.002 | 0.044=+0. 005 290 ND 3.0+0.3
B4 H24.8. 29 0.008+0.001 | 0.024+0.003 150 ND 54 +1
C1 H24.8. 28 0.029+0.002 | 0.056=+0.007 300 ND ND
G2 H24.8. 29 0.017x0.001 | 0.027+0.004 310 ND 1.9+0.2
C3 H24.8. 27 0.013+0.001 | 0.031+=0.004 200 ND 4.8+0.4
D2 H24. 8. 29 0.008+0.001 | 0.029=+0.004 290 ND 1.8+0.2
D3 H24.8. 28 0.013+0.001 | 0.036=+=0. 005 200 ND 1.2+0.2
ND: IRt O BR (FTEREE 00 315 5 7%)
£6 THOMSWKERV FIRENTER (H25 £5)

. - U-238 Ra-226 F Cs-134 Cs-137
ARTU7 | BREAR | g, ow) Ba/et) | (mg/kes) | Ba/kess) | (Ba/kedr)
Al H25.6. 24 0.041+0.003 | 0.090+0. 006 360 ND ND
A2 H25. 6. 25 0.029+0.002 [ 0.059=+0. 005 210 ND 2.1+0.2
A3 H25. 6. 24 0.041+0.003 | 0.046+=0. 004 170 ND 2.7+0.2
B1 H25.6. 24 0.010+0.001 | 0.030=+0.003 220 ND 3.1+0.2

B2 H25. 6. 25 0.043+0.003 | 0.058+0.004 180 ND ND
B3 H25.6. 27 0.024+0.002 [ 0.037=+0.003 290 ND 2.4+0.2
B4 H25. 6. 25 0.010+0.001 | 0.018=+=0.003 150 ND 60 +1
C1 H25.6. 24 0.033+0.003 [ 0.073=+0.005 260 ND ND
G2 H25.6. 27 0.017+0.001 | 0.026=+=0.003 300 ND 1.9+0.2
C3 H25.6.27 0.020+0.001 [ 0.033=+0.003 230 ND 5.2+0.3
D2 H25.6. 27 0.011+0.001 | 0.022=+=0.003 280 ND 1.1+0.2
D3 H25.6.27 0.020+0.002 [ 0.038=+0.003 200 ND 2.1+0.2

HELRREREE > 2 —F]H

ND: F R H D BE (5 #ERZ= D 3fF K i)
&4, 5, 6D Cs—137 DRERERICDOVWTIE, BEREEEERLEDEF 2H TR L




SPPER AR BE 12D W T b 3AR T o M E S A2 & [ ARLS
Wy 7777 FLNLVERIBTE 2L EZ N5,
B4 TIEERHGG T 22 W L7272, Pk 27 4RI B IR
e L2 kT, 3SEMoMERREkOL) T LO2TT

Do

72, SRIEBEEMY TH L I EF 2WATL L LT,
WO EWE T OB EEDNY 7759 ¥ F LN

VOB EFTV2NWEEZ TV,

K7 ANKOBESEZIER U FIRERERR (H26 £)
, B U-238 Ra-226 F Rn-222 | Cs—134 | Cs—137
A== o
AETVT | BREAB | (oo | 10%Ba/en®) | (mg/) | Ba/L) | Ba/L) | Ba/L)
A H26.9. 8 ND ND 0.24 |0.06+0.01] ND \D
A2 H26.9. 8 ND ND 0.05 |0.05+0.01] ND ND
A3 H26.9. 8 ND ND 0.06 ND ND ND
B1 H26.9. 8 ND ND 0.13 ND ND ND
B2 H26. 8. 21 ND ND 0.16 | 0.40+0.03 | ND ND
B3 H26. 8. 12 ND ND 0.05 |0.21+0.02] ND \D
B4 H26. 8. 12 ND ND ND 0212002 D \D
o1 H26. 8. 21 ND ND 0.19 |0.08+0.02 | ND ND
c2 H26. 8. 21 ND ND 0.07 | 0.19+0.02 | ND ND
03 H26. 8. 21 ND ND ND_ 10.09+002] ND ND
D2 H26. 8. 21 ND ND 0.08 | 1.06+0.06] ND \D
D3 H26. 8. 21 ND ND 0.05 |0.15+0.02 ] ND ND
ND: 7R H H (OBE (U-238:<0. 003, F :<0. 05, Z DAth: ST SR Z DIE%B)
£8 ANKOBSBRY F REARER (Hod )
o - U-238 Ra=226 F Rn-222 | Cs—134 | Cs-137
AETV7 | RBEAR | poad) | dotmByend | e/ | BaL | Ba/L) | Ba/L)
Al H24.8.27 ND ND 0.30 0.05£001] ND ND
A2 H24 8. 29 ND ND ND ND ND ND
A3 H24 8 27 ND ND 0.06 [ 0.14+0.02] ND ND
B1 H24 8 27 ND ND 027 0.40+0.03] ND ND
B2 H24 8. 29 ND ND 027 1.26+0.06] ND ND
B3 H24 8 27 ND ND 007 10.28+0.03] D ND
B4 H24 8 29 ND ND ND 10 2540 03] D ND
o1 H24 8 28 ND ND 0.18 ND ND ND
02 H24 8. 28 ND ND 015 ND ND ND
03 H24 8. 27 ND ND ND 0072002 D ND
D2 H24 8. 27 ND ND 0.11 [ 9.61+0.16 ] ND ND
D3 H24 8. 28 ND ND 009 [0.19+0.02] ND ND
ND: 4% H D B& (U-238:<0. 003, F:<0. 05, # D th : SHHBE DGR )
29 ANKOBSHEEBRY F REARER (H25 £
— - U-238 Ra-226 F Rn-222 | Cs—134 | Cs-137
ARIVT | RREAR | (6o | q0%mBa/en® | (me/) | Ba/L) | Ba/L) | Ba/L)
Al H25.7.18 ND ND 0.30 [0.13+0.02] ND ND
A2 H25 7 18 ND ND ND 10 144002 ND ND
A3 H25 7 18 ND ND 0.05 [007+0.01] ND ND
B H25. 7 18 ND ND 017 [0 15+0.02] ND ND
B2 H25. 7 22 ND ND 079 10.86+0.05] ND ND
B3 H25. 7 24 ND ND ND  10.37£003] D ND
B4 H25. 7 24 ND ND ND 103440 03] D ND
o1 H25 7 18 ND ND 0.11_10.13+0.02] ND \D
02 H25. 7 24 ND ND 010 10235002 ND ND
03 H25. 7. 23 ND ND ND 10164002 ND ND
D2 H25. 7. 30 ND ND 0.09 [ 2.5/+0.08] ND ND
D3 H25. 7. 30 ND ND ND 020002 ND ND
ND: R4 H D B& (U-238:<0.003, F:<0. 05, Z Db : St B E D 3EFRE)
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A study of individual difference of Ra-226 concentration in cedar leaves at Yotsugi district,
Kamisaibara, Kagamino—cho, and regional difference of radioactive concentration in cedar leaves

M B, WEAERE, ARTFEHAT, R REBOR,
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% (RO ER)

Yousuke Hata, Mitsuo Shimizu, Hiroyuki Kinoshita, Toshio Kataoka, Noboru Ogawa

(Environmental Radiation Section)
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LT, ELZAFFER SR B A0 m 78 A SE A NI BBt & > & —
S D BB R BEA I 2 (DU FTEERIMAE | & v 9 o) 2470 TV A7,

—HWIXIZAFE T L8 O TET Ra-226 iKY 1.4 B O BB DHERR
Aol F72, BPHE Ra-226 IEDOMIHBIZED b oz, 61

UTFTAEREEY ¥ =& w9,) i

TLRIIXNZ B\ TR 25 SEEEICERIL L 7242
DRI FEH Ra-226 2882 20 LR O EHPHZ B2 2 TH - 72720, FOBERIZOWTHTHEET > 720 FOREE, [

SN, BOBKEPERNTD LRl EEE
. NI > 7 — i A 0 & X 12 B

5B EEH Ra-226, U-238 N5 o HIRIEDTF T ~ 2B FEOWEM KL L) FLD/oE T A, Ra-226iE I

U-238 L U85 o FIRBEIZ AR THIRAE DR & W] A5FE
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PR 25 A FE A R M X CHERIL L 7242 o B 3% v Ra-226
WEEAY 158 + 0.11Ba/kg 2ETH Y, % 20 £ CFIE 5
~ 24 ) OMERMBEZBZ AMETH 72720, O
FIZOWTiHEEZ To720 72, ALY ¥ — R4
¥y =B LR T AR ¥ & — Rk L o & H X
BT OB IR B RERESOMEEZIT->THY,
P T ~ 25 AEFEOMERRE L D F L OO THET
W3 %o

2 BHEFE

2.1 RRHEXICHT B8P Ra-226 REDEGKERE
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o Ra-226 M 2 FRAT L 72 ARASHL T OIS & X 2 12
R o BIEEORIU I ANTERY ¥ 7 — OB R A 5
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11 HICEEAZRFLTB Y, AFEICIBWTEFK
264E6 H 3 HICBRILL 720 F 72, WO BRIGHEALIZA
W E L7z,
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16 SR s URHRIUE | (B3A 58 45) MOV 19T 5 ¥ w7 A 45
Bridi) CFR 2 48) ol ) 7 246k (A ) ([ L
TP, BRL2 o A A 70— Bl g (Aloka #
LBC-4311-RM) # i WCllw L7z, F72, Kikizo
WC 3O 21T 5 72,

2 BORMXAEREE

2.2 RiZEH Ra-226 RE DFHETLIEIC & 5 5
BRI O BU RO MG RIL, ORI %
H5 WEEED JREEOBLEIC L 5 TERT 5.
RSN L BB SN, FT D -4 s 2 fi
TWARRY B MEOZEE) LD 2 iE CFHE OZBIE) 12 F
HESNTWD Y, PR 5~ 24 EHE DM F 20 £ B DK
WHLIX I B 1T 5 B3 Ra-226 e #5 R &2 v,
PEOEHRE LT P+ 3 o J2HI L7,

9%  EURREREE> 2 -FR

23 Akt 2 —HEEANOEMKICH (T 5 KSR
BEZHE

AR v & =01 %15 T, ANEKE v & —liiik)E
BOZ X OB Ra-226, U-238 KU 5> HEED
MWERERDV 2L Tl £ T LODOHRBIMI,
NIt > 7 — s EHZER L AR L TV S PR 7 4
JEP ST 25 EED 19EME Lz B, oMM,
NIEIR: 7 — OFZEHBIC X 2 FLBERBEA~ O REIEER
D 5720 7z & R L BRBE R A5 i Bk & H 2312
X DFHliE T 5,

3 BRRUEE
31 "RHMEKICEH T ZHEF Ra—226 REDEFZERE

KO, WK OBIRM RO M @R R 2 £ 1 IR
o -1 9564 -6 I EVHEEE TH - 7288, ¥
FIXSDENFRD SN/ ZHIIHIARMIEEEA—ZE Tl
HTnZl, HROKRE DOFEEEIE S BHEDORED E WA
BRENE LV EEICI B EE R ONT BT 13K
-6 55 OWEEAT1130m L BN TB Y, FTBEIEE
-1 2568 -6 LHRTEFEETH LI 00, ok
X0 BEFERIPNEEZ b7,

FA DR EE T Ra-226 IR E DWW EAE R EZ K2 ITRT,
Yt vy — VR L 728 32 Ra-226 04T BT 5 Ak
AT X V12 1078% TH Y, [F—DRIZBIT B
BErh Ra-226 JEEEIEREFIE, COGBEERHEN SO
FEPHNTH o 725

FH O RET Ra-226 O P31 1.17 ~ 1.63Bq/
kg FOFHTH Y, BIRIZE o TH 14 RGO REAED
B BTz TR S FEEED S K 24 £ E ORI E IS
BT B AWM X DR Ra-226 #2FE1 0.28 ~ 1.30Bq/
kg BV THY (F3DEBY), KFAOWERFITHE
TFEWERITH - 72,

F 72, P & BET Ra-226 IREOBFRE X 3 1R,
AHBIAREZ 045 LK<, T O BICAHBIZRES S
oz,

EAME 2179 9 2T, MR O OB PRI
ZBT 2 MEHEOEEFEA/N S VIFERAL R TV EE
AbMb, T, BEARORN LBEELZRILL, F
Y9 5 2 & TRERZEIC X B2 MEMENDREEEZ /NS LT
&, NG S OREE BT 2 WE O EA T
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3.2 IS Ra—226 i=E DIREHLIEIC & 5 5

R 5 ~ 24 AR EE D 20 AFE B O RMIXZ B 1T B 4
Bk Ra—226 J BER S A 5 5 U 72 o Z B
015~ 1.65Ba/kg A2 TH V), FEHRWEIZ BT % Pk 25
EEOWERE T (158 £ 011Bq/kg 24E) 13 FEH O ZE B
ME - Tz,

F 72, L 26 AFEBEICAT o 72K HLIX D K4S 0 Ra-226

®1 HAEIRBARERR

I OFI9E (117 ~ 1.63Ba/kg 42) & P D2 BYIF I
F o Tz,

Pl 2 &7 6 Pk 25 4F FE O B 3 v Ra-226 35 2 1
FEICHTE & 72 2 EMETIE 72 <, a2 20 4F 4 o i 2 i
D% 8 2 72 RS DB TH 2Rtk mv & & 2
b7z,

#£3 WARBXOHES Ra-226 iRE
(FR 5~ 24 FF)

=) ImEzHiT5 P NEEEE Ra-226;2 & (Ba/kg4)
(m) 8 (m) 6 A 118
121 20 1.57 250 TERSERE 0.60 0.66
$%-2 22 1.38 ) 942 TR ERE 0.93 0.38
#%-3 20 0.94 195 ' ERTERE 0.85 0.45
12-4 22 1.23 ' 1 88 TRSEE 0.84 0.65
$%-5 22 1.29 940 ' TERROEE 0.92 0.54
12-6 22 1.40 : 1130 FEREA0ERE 1.00 0.75
-1 11 0.80 ) EREAERE 0.76 0.86
ER12EE 1.11 1.29
#2 %R Ra-226 BEATHER FRISEE | 078 1.07
Ra-226E%E (Ba/kg4) ii:gig :)'gg ?'g?
1= 2[E B 3EH THiE Fr,mﬁfﬁ; 197 0.95
E3 . ]
#5-1 1.64+0.13 1.52+0.13 1.67+0.14 1.61 TRHIIEE 123 0.28
45-2 1.20+0.12 1.18+0.12 1.14+0.12 1.17 $m18£ﬂ’; 09 15
-3 1.61+0.14 1.63+0.14 1.66+0.14 1.63 ElzﬁJi19E; 0'90 1'30
154 1.48+0.14 1.43+0.13 1.43+0.13 1.44 = == : :
ERR204FE 1.05 0.91
#%-5 1.57+0.13 1.48+0.13 1.61+0.14 1.55 T A 126 082
+%-6 1.37+0.13 1.41+0.14 1.33+0.15 1.37 $&22¢J§ 14 103
zﬁz 1.57+0.13 1.64+0.16 1.67+0.16 1?13 TH2ER 087 16
' ERR24MEFE 0.77 0.95
=AE 1.30
=/ME 0.28
E{E 0.90
EERE 0.25
75
+H »
®woo L y =-0.2839x + 1.8349
= R2=0.2009
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15 .\,'\
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[4+]
&
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try—th s — X TRILL T A RIREB
L AFBIRVEEIZ B W TIE, I IEZ 21 200m
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FE WA FED 5Nz, F 7285 o Ra-226 1 B 1%
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O LNz,
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Investigation of pathogenic bacteria in the human and the environmental samples for prevention of
transmission (FY2014)
(D Investigation of Shiga Toxin-Producing Escherichia coli
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Naka™ (Bacteriology Section)

* Department of Pediatrics, Okayama Red Cross General Hospital
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&N 72 STEC DML, P T, B R OBRBEM IOV THRAEZ FE L 72, IWEE Lz bHE
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[Key words : shiga toxin-producing Escherichia coli, epidemiology, serotype, molecular epidemiology]

1 EUBIC

BN T o U 72 s e AR R i (BUF
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R 26 AEREN, WUSR L7z e b HIRER, Bl OVHERE A
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WkkIE, TSIZERFH (HARIE), CLIG ZERKH (5
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B BIEFREBI (LU FTMLVA B & v o) OFFRMT % IR GLT
WARBE LT L 72,
2.2.5 |1S—printing system (C & 2 @5 FRIBIEIR

0157 #lZ>WTld, IS-printing System (TOYOBO)
ZHWTEETRG (LT IS T & w9 o) DN % FElit
L7z

3 BRRUEER
31 EILEARTHEE SN/ STEC DEFREE

R 26 4EFEE O & M HISE STEC @ H BRIk %2, 3%

1R L7,

b MK STEC 1, BI4E & MBRICEIICE ST
B S, FRIZ, 7 H1d 463% & M= IEw 1S
Erole LAL, 9 IS, BIFEICIE R E
MASH SNz ThUE, SIAT8 H~ 9 HICHh ) CTF4E
XYy o7zz e, ZLT, 7 HCHE ik KR
EAGETE A, 8 HICIEMEMA s s h-2 LItk
DIEBBGESK SN2 D —DOERNTIERnh L&
BNz,

t I HI3k STEC OIfiiER! - stx B %, 21K L7

12 FEE D MGER - stx BERARIE S NFze 209 B,
0157 1X32Fk (47.8%), = LT 02613 23 %k (34.3%) TdH >
oo TO2MHEOMBGERIE, RO 0% E HD, =
DN D BI4E & FBETH > 720 0157 KU 026 LA Tl
091, 0103, O111, 0121, 0174, T 0179 AR
SNz,

O157 % ® MLVA B & OV IS B o 43 36 5, 026 L O
O111 #ko> MLVA Bz, K 3I1TRL7,

MLVA #7112 & 0, O157 BRIk 21 figH, 026 #kiX 6
FiEAH, O111 #kix 3FEFH O MLVA BIZ I Nz W
TROMBIHEOKRTS, W—FKIE»o0HEINLSE, &
FIER> OHEESE VKRB TIE, BBOAR—
MLVA#BIZE Nz LA L, —HBOBRRBIZ B W Tk
BEEWEEER L ORI 20bb T, B2
MLVA B2 E N7z, 2hinid, DNA O AR, )
RO AZED genetic event IZ X ) 1 ~ 2 @ {xTHET
BRI DY) E— PP RL S LFIZLD, Hlo
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PEFAII BT, EAEIRR BRI R E DR
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18 456 AR 55 iR (12.1%), A4-3EHENE 12 B
R 3 HRAR (25.0%) A & STEC 25 S 7z, 27 i
DIMIER! - stx BUZHFHI NI228, FD0% {13 O MiFhE
BHAHE OUT) THH, e 2o EpHESINS
0157, 026 I nE SN holzs TOFERIE, HWI:
DOFAAER L FRDBEN 2 /R L C\W7e2s, e 2o
SEIY 100 MRETR 708 X T BRI 0157 KO8 026 % C
HY, XOIEFHPHADOBEIZOWT STEC {HHF A& H)
WoRERAZ M L TEMT 2 LEIH B EBbh
720

x4 HFEBEFHK STEC OMER - stx

A% m;ER stx® | EHRERIBREE (%)
06:HUT 2 1 0.2
08:H19 2 1 0.2
08:H19 1,2 2 0.4
08:H28 2 1 0.2
08:HUT 1,2 1 0.2
028ac:HUT 2 1 0.2
091:H21 2 1 0.2
0119:H- 2 2 0.4
0153:HUT 2 1 0.2
0153:HUT 1,2 1 0.2
OUT:H2 2 3 0.7
OUT:H2 1,2 1 0.2

4 EEE| OUT:H7 1,2 1 0.2
OUT:H9 1 2 0.4
OUT:H11 2 4 0.9
OUT:H19 2 7 1.5
OUT:H19 12 3 0.7
OUT:H21 2 2 0.4
OUT : H21 1,2 2 0.4
OUT :H28 2 1 0.2
OUT :HUT 1 1 0.2
OUT:HUT 2 4 0.9
OUT:HUT 1,2 6 1.3
OUT:H- 2 6 1.3

it 55 12.1
015:H28 2 1 8.3
028ac:HUT| 12 1 8.3
I 0119:H- 1 1 8.3
=t 3 25.0

O

ARHAEDOFERIZE LT, MLVA BjI55 %2 B WL
L ENESHET e O 4y HESE, LTITH RO
G- R MRS S W72 72 & F L 72 BIARERBY 0 e A
TCEH AL T,

X #
D) =5 IR R o EDE: 2. PCR
FRRIRAS, 36, 1334 ~ 1338, 1992
2) Izumiya H, et al, Microbiol Immunol 54:569-577,
2010
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Investigation of pathogenic bacteria in the human and the environmental samples for prevention of
transmission (FY2014)

(2 Isolation of Legionella from environmental samples in Okayama prefecture

FLEWE, REH, madil, s B b B GREAD
* b L &SRR AL B A S L SR

Hiroko Danjou, Ritsuko Ohata, Hisahiro Kawai, Hiroshi Nakajima,

Katsumi Naka* (Bacteriology section)

* The Department of Contemporary Food Culture, Kurashiki Sakuyo University

=

=
[=]

LI AT O RFEREE R T 5720, IHKE 108 BARIC O W TIHE LT - 720 KD & OB 31.9%, ¥ v
7T —=KiZ375%, T ¥ T —KIE91% HEMIEZ50% TH o7z WK, Trx T —K X T—KIrHITL
pneumophila W S, HEIEH 51X Lilondiniensis, L Y+ A FBBHBHIBE N/, 72, BT 2o sh,
Z OBAZ T RN HIAF LD & B Lpneumophila MLERE 3 OEGLIETRH D720, Bt > & — J OPRAEFT 5 T
& N7z Lpneumophila MLiERE 3 OBIZ TR 24T 7275, & MHIRMOBEETR & —33 237505 72,

[(F—7—F:LYF25, LYFRT

s Za—%7 47, IUEEE3, STI93]

[key words ; Legionella, L.pneumophila, serogroup 3, sequence type 93]

1 EU®IC

LIFATREE VIAATEELIT B YL
EWAT ST L TR ZEGYET, EGWEEIZB VT
HUKAIE ISR E SN T W5, 4, LIYT A THEDEH
PRI S D, PRk 26 4FEEIX4AE T 1,236 )
CEFEAE) S SN TB Y, WFRYSEO TR d i i
OB TH Do BNTIZTRK 23 4E LA,  F54E 20
ZUEOL VA 2T BARE SN TV EA, EYRIL
RHTH L Z D%\,

LU & 713 HER PR E O FABRE G I, g
fir, WK% EO N T KBRS A L, 7 A —
NEFEEELTERLTWS,

Bl ryy—TlF, VLIFTATREO—-BRELT, BN
DR EDOFHRFEEMAELFEML TB Y, AHETIX
SRR 26 SEFEDRERIZOVTIRE T 5. 72, T 194
LK ORILBANO L A & TR BE Mk 2 IE L, i

T B OB AR TR 247> T b BBEGERD S B,
L.pneumophila MiERE (LLFTSGl & w9 ,) 31, Hb N
BV TARBIZHBIERITH ), & TORDBIETH
Wik B —H LT WVb, TD720, Bl - BRI
ZEWHEHE LT, FBEDUEL 2L 2% & Ttk n
TR ZAT 572D T, ZTORRIIOVTHHET 5,

2 MERUFE
21 BEHRRUHRE

P 26 4FBEISERIC L 7 ¥ AR 55 96 ek & HENE 12 B
ROEH108 MifkIcDWT, LI % 25 MAEx 90 L 72,
—J T, BNOREITET, BEKErSHREINL
TAATWHR2 BRE WL, [ E KON RER & 5
i L7z0 72, Lpneumophila SG3 & [f5%E & N7z HkkI,
BAR TN 24T o 720

FEILRRBREE 2 —FH 103



22 H®EE
221 BEKOBREEESE

Bk 500mL 2 fLEE 022 um D FE Y A — K F — LR
YTT YT ANEY —THMERNL, WEIBROT 4 VY —
WA K SmL TX R LTI L, iR
& L7z0 % ImL 2 02N HCI - KCI #% i (pH2.2) %
SERA L T4 0 MBI %47, 200uL % GVPC %
RE:H (HAFA B AT ET) ] OY WYO JERES b (SRAfF
L) & %\ i MWY FEREH (B L) 12, 2> 59—
DVHTHBIKL/z, 36CTT7 HMKEL, oM, #bhik
TaR=—%2BI8LT, LIYFAILMESNI-EEKE
i 58 KM (BBL) & BCYE a ZERK 1 (SRBfL24) 12
$ffi L 72 BCYE a ZEREEH O RIZHE LI2EEITD
W, IERERIERER, PCR % (mip #1= 1} 085S rRNA
HInT) 7213 LAMP 2 CGRIHMES) 2 £ L <, FE%
L, WHZNE L7z, F72, #lIKIZO W TR R
WL & R O B % F 7z
2.2.2 HEREDHTALIE L tEE

HEAE 200g 12 IR AEE K 400mL A0 2, & < BiHRE,
THICLAZE A — B L, 38 120mL % 10,000rpm
543 O fh, PRI N ZERE K 40ml % N A A
& L7zo 3B SmL 2 MBI (50T 20 40 1) £, %
#? 02N HCI - KCl#&##{E (pH2.2) Z M2 T 4 55 R FRAL
ATV, K E RSB IC®RIK L ¢, ME%
1To 72
2.2.3 IMEANHER

LV 4 S RIEILTE (7 > 5 A0E) B O Ak Wt
MHEKL YT ATIL I 7LV ALYy —TRA SN L
VFAIREMBFB (R rE—F 28, nrrv—7
2253, 74—V A 1B, 74—V A28 Nyr)1#

28, 7=V, OUrF4 SV VALEE, T o

IYYAR2H)ZHWTITo 72,

224 INIVZRT 4=V KT IVETRKENEICEL D DNA /Y
2 — > DER
WODOWREVIZEY, /AT 4 =) A VESK

Bk (LLTTPFGE #:]& v 9 o) 2 E M L 72,

2.25 sequence—based typing &
sequence-based typing 12 & % sequence type (LA

TIST] &I o) 1E, ENLEGSERTFERT ISR L T

L7z

3 R
3.1 #HREFL I A 2 FRERR

WK 108 kD L 24 2 I Mkt %2, £ 1I1R
L7z

WK 69 Mefr 22 Befk (31.9%), T v 7Y —K 8%
i 3K (37.5%), ¥ % 7 —K 11 Befkrb 1 8k (9.1%)
Je OV HENE 12 Befhrp 6 Befk (50%) 25, L ¥4 & 7 53
MEh, BEKRLY ¥ 7Y —KEOHER ORI
Mofee BK, HEEHOKKREHE K, S, LIt
T E N h o7z,

Atk 251, Lpneumophila SG1, 2, 3, 5, 6, 7,
8,9, 10, UT &, ZMAIMBHOWIHIL I Nz, Vv
7Y — K% 5% Lpneumophila SG3 & 6 %%, ¥ x 77—
JK 7> 51 Lpneumophila SG3 3kt X 7z,

HeME 2> 5 1& Lilondiniensis SG1 & L 2% & 7 J& W H3 &
H & N7225, Lpneumophila (I S 9, vk, Vv
Y==K, Tx T —IKERR XGRS R 5 TW
720

L.pneumophila SG3 13 #H&7KE 108 #efirh 5 Mtk &

®1 RBREFIL Y F 2 FHRERKTR

ek S| B R (%) e AR X ONILTE RE (A %)
K 69 2) 319 |G 3,540,600, 7). 8(1),92), 100, 11
DA S/AVESIN 3 37.5 |L. pneumophila SG3(2),6(1)
JK 0 .0
S Ak 0 .0
vy U —K 11 1 .1 |L. pneumophila SG3(1)
MESLEY 2 0 .0
HEAE 12 6 50.0 |L. londiniensis SG1(5), Legionella spp. (4)
t 108 32 29.6

EMAGT,  UT @ OMLIERERIAHE
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iR (s
32 BEAEZELSHBESIAELIFXIEROSH

WK, Vv Y=k, TxT—KkhrSEBEINRL
VA TWEE, £21TR L7,

LI T8I E N REROWEIE, 3L A LR
10 ~ 10° CFU/100mL T - 7275, ik e ¥ v 77—k
2251, 10° CFU/100mL LA EAR I S - kefk s d - 720
3.3 WRERBEREBELL DI R IHBRERR

AR O MR RIRE L L Y4 2 7 Bk %,
72 3R L 72, (AR 69 Fufkrh 5 ki A£HllE) o

LoF AT oz, #EakEEEE2 02 mg/L

®2 BEKELPSKREINAZLYFXIEROLH

%" (CFU/100mL) WK Uy rY— vy U—Kk
1O (A HY) 47 5 10
10~10*5ils 18 3 0
10~ 104t 3 0 0
10°~10" 1 0 0 1
10"~ 10"t 1 0 0

it 69 8 11

* NBRZT a Y NV EBEEWSITARNNH D O (RMEK, vy
U —KE) I3 S35 E S 10CFU/100mLA & LCun5,
(L oA 7R IEFREE)

Fii T 1L 16 M 11 #44 (68.8%), 0.2mg/L Ll F 1.0mg/
L A 1d 25 Bk 7 Btk (28.0%), 1.0mg/L BL ki 23
Mefkrb 2 Motk (8.7%) T, WHEFRRIERBEIHVIT L,
M FE DMK { 7% BHHINIC D - 72, RITIIR L TV R WIS,
B B #0725 10°CFU/100mL BL oMok, 4Tl ifisk
BIEFEEE 02me/L RiliTH V), 02mg/L Pl E OB
TIIH #1310 ~ 10°)CFU/100 mL T, & #Es% 8 i
FRED BT &, BRI A 7 { % BN H 5 72,

VX T —IKTWE, KR U7 iR R
0.1mg/L A ® Btk 2 &, 10° LUk 10" i CFU/100
mLOVIFATVMmB SN, KEKEZMH L0
WeAkiZ, WEEREEREDN 0~ 02mg/L TH - 7275,
LI A I3 s e o7z,

34 REMZEOBEKERREDMBHIER

PRAEFIT S5 ORRAT CHAEAK S 2 & Mo S 7z 152 o
R Z, R4ITRL72,

WHEK MR 1Z, Lpneumophila SG 1, 3, 5, 6, 8, 9,
10, 11, UT, Lmicdadei RV Y4 2 7@K T, Y+
¥ —OWMAAER LRI, SR SRR O WAED
W&z, JERHRRRZ Lpneumophila SG 1, 3, 5, 8
LOVIYrA2ImM, ¥ ¥ 77— KHKKIIL

K3 BEKPOBHEZERREE L D4 X 7BEDRHE

R R Bl Bt i Fettio )
0. 235 16 11 68.8
0. 2L F 1. O 25 7 28.0
1.oul k- 23 2 8.7
i 64 20 31.3

k WEBEFR RE Y SR IR 1310, 2~1. Omg/LERJE|

(LA 3 7 RERILFEE)

CHEFFT D) Lo T D,

x4 REPFEHBEL DA 2 TH

TRk 4 TR H B A e OV B
N L. pneumophila SG1,3,5,6,8,9,10, 11, UT
#i\ | L-pneumophiia Sul, 9, 9,0,0, 9, > 1L
LR L. micdadei, Legionella spp.
JRK L. pneumophila SG1,3,5,8, Legionella spp.
>y U —Kk L. pneumophila SG1,5
X T L. pneumophila SG1,3,5,6,9

h VK |L. pneumophila

SG1

UT : Ol HER R A8
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pneumophila SG 1, 5, ¥ ¥ 7 ¥ — K H ¥ K &
L.pneumophila SG1, 3, 5, 6, 9, b A L#EITH MR
L.pneumophila SG1 T& - 7z,
REFEORETHMEDLSBINEN2L
pneumophila SG31Z 19 ¥ TH - 72,
3.5 BEETER
M vy —THi & N7z Lpneumophila SG3 @ 5 ¥k

x5 BRTHEES N Lpneumophila SG3 #kD
PFGE /X% — >

TR 3 Ny RRE— K
AR 109 60
S 4 4
Ty UK 7 5
T—ILIK 8 4
o T Bk 1 1
;J% 7 a—3 LK 9 1
Atk 4 1
WHEIK 3 3
vy U—K 1 1
N 146 72
BE 9 1
at 155 73
* R O ERE T T

Je OV T &5 TR i & 72 Lpneumophila SG3 @ 19 ¥k
DEDET 24 HRIZOWT, PFGE #:42 X 2 2 17 -
7oA, BE kO Lpneumophila SG3 & EiEF/$% —
UH-HT AWM R o7 E51, MBI SR
7eBRBE R R L VR E R 2 S 0 72 155 BRIZDO W T,
PFGE {52 X BT &2 AT - 72k %, R5 KO 1 IR
L7z

BB RAR T46BRIZ T2 /8% — V2SN, 2D 9H b,
TR SRR 109 BRI 60 /8% — v icp SNz, B
HSE OBRIZE TR U8 — 0 Th o 720 IRIKED S M
mEhzkiE, wind BHEHEKO PFGE /85 —
L, BipoTniz, F7z2, Wk E ENRYSENZERTIC
PR LT, ST RN ZFE R L7225, wind BE Rk
D STI3 LITH % > Tz,

4 EE

LIF A FIEAGED NG & LT, #A M
MBERL VA AT LT 7Ly ALy ¥ —TIES N2
R EERR D 9 I DL % Lpneumophila 55 %, 09
H D 8HASGl Tdh > 720 —75, Llondiniensis &, K
WO BERR 1 BRSIUE STV 2 0ARTH D Y,

ARAET, WHARSEROCHED,SE, A flHoL
DA AT EN, BRIRIZE D GHERL > TWiz,

i
|40
!
60
!
80

100

T BA SRR DN Z —

/

|

T FE K S SRR D T2/ 4 —

1 BEBSOBEKERRE Lpneumophila SG3 # M PFGE /X2 — > &7 > RO T 7 LERER
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WA KO AE R TIE, HHERGIRZREEY T
HoTd, LIAAITPRILIN T EHELH), &
wp H, HEEW, AT 4V AOIFESC X BB
ZROoN, HULEHPLETHL, V¥ 7T =Ty
T EE TRV NVERET L0, BINHESS WS
BEGRED ) A7 HE L, HEEPLETH 5,

HE O A & 1% Lpneumophila \Z M X N Hr o 7225,
BRIRIRAR 2> & 53-8 E LT\ % Llondiniensis ASE3E TR
MIn7zoT, HEZHH BT, HEOWAZECX
IEETHLEDNDH D L EbNS,

B CTEHE» S M &7 Lpneumophila SG3 13,
[i]—® PFGE /8% — ¥ K O ST % /R § MUl S py 22 ¥k ©
HHH, BUEE CEREEH kMK, STHRARRKE
PFGE /8% — ¥ RUF ST 2347 o T 2o SHRIEN S %
B, £ SRR RERRICOVTORENEETH S
Lilbis,

B, AR, VPR 26 4R AR Sy R AT 7R
By (e 4 - fafE B SRR G e [L o £
T IRA DAL L OV R 2 ARG E BT L
AT B8] ORFFRIIC X 2 A0 B L
LCENL 72,

m!

t
LYk %70 ST MpIZ BRI U FE L7z 7 EAERT
FEFTOHIN MBI LT,

1)

2)

X #

oW, Wi M, VL RHE LY AT RR
Wid %78V A7 4 =V K - FVERRKE) (PFGE) i
DY K, TASR, 29, 333-334, 2008

B RGP, & SO, R B, P 2,
it o LI A THIRGMRORBI—L 7 7 L v A
vy —iHE S & LT, IASR, 34, 161-162,
2013
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EHP RIS 72 e b R OVBRBESEIC BT 2 IEHERE A 1 oD Ji AT
(P 26 4F2)

GNRFZZEAEDO IV ¥ = 7 HiMEFR AT O W T

Investigation of pathogenic bacteria in the human and the environmental samples for prevention of
transmission (FY2014)
(3 Investigation of Yersinia antibody titer in pediatric patients and others

g, RER, WE Y, R R GRERL
Hiroshi Nakajima, Ritsuko Ohata, Hisahiro Kawai, Hiroko Danjou (Bacteriology Section)

=

=
=]

IV TIEDRAFEREZ LIRS 5720, PRk 25 EED O PR 27 EEOWR T, TV ¥ = 7HAMEO A% 0 L
TWh, EOMHENERSEZZZ LEEEDI b, TV Y = TRV 5 \WIIGH & O LE 2 BEIZOWT,
ML HOAAT I DARHE %2 520 THEME L 720 Pk 26 4E 113, 60 Mk o % 159 44 353 MUK D PR 2 5E L7ze 209 b,
153 44 (341 Befk) AR EHEZ$ M L, Y.enterocolitica (2349 A HUikAiix 2 4 (1.3%) 4%, Y.pseudotuberculosis \Zx3 %

UL, 31 44 (20.3%) HSHH1ETH 5 726

[¥—T—F : V¥ =7, Ypseudotuberculosis, Y.enterocolitica, VUM, 4]

[Keywords : Yersinia, Y. pseudotuberculosis, Y.enterocolitica, antibody titer, epidemiology]

1 EUBIC

WA IR T TRAE LTV ¥ = 7 HE O£ F5)
&, WA 55 4ELLK, Y. pseudotuberculosis (VLY .pth ]
EWv9,) I & B B A4, Yenterocolitica (DL T
[Yent] &V o) ICk 2HHBIA 1 EFEAELL Y, 09
H O 2 FHNFAERI RIFR O KB AR gk s L, A
BIERBHEOIFKELZHKHA L Tz, ZOBROHRAD
O, BpAE, BER/NET o WESAR 2 SRR
L, STho@EoPRic X 0 HY s iz B O
D, TVYTIHOKKNTH S LRSS Bl
TE, TV =TIZXBEFFHOREL, ZEA TN,
F7o, BEBMKIZOWT, KRZWHRET DEERAD
BR3P, BENOREAORYEG 2 128D,
WOMHBALDELWIRRICH L EBbbZ b,
RO LEEERDOAATH L, TD0, BEIMFO
PURE L, VY = TREOEELHIET L7200F
BLLTEETHY, P25 EED STV =T Hilk
i DA A2 Fi LT B, AT, P26 FEED
HERIZOWTHET 5,

2 MERUHFE
2.1 &k

IOV Y = 7 HUAMER e FH oBRIE, EE OB NER
EEZBHLIVEIABELTVEIREDI L, Ty =7
FEDFENDDH B, B DHWIINIEHG & DR 2 25 L §
%720, FTIREED S PURMIGH E ORI % 52 1) 72 B MG
R U720 SR 26 4R 2L, 29 IR 0 60 Htisk O
ber 6, B3 159 £455 353 BRSO WT, HUAARE O
KA 2 CHEM L7z, 7B, AHEE Ytrsy—o
BT RASOKBEEBTEBLTBY, MEHEI R
&7z 163 %4 (341 k) OFAEAERICO VT, T
5o
22 WKEE

BAIMIEIEX56C, 30 4 HIEMIL L, ABAIFEKT 10
EAR L7z Thg 2 fFERRBEAR L T 1:10 ~ 1:320 O
BRI %, S PR O & FEER L7z PR
i, Mk vy —BRET S Yptb (MLIEH la, 1b, 2a,
2b, 3, 4a, 4b, 5a, 5b, 6) ¥k & Y.ent (M{EH 03, 05,
08, 09) BRAMEM L7z 25C, 2 HIIRE#E L2 W& B2
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K CT2mPEE L, EMAHAKTYI 77 —F VK
No 0.6 DB 5 L HIHRB LT, Pk E LT
L7z PUMBOMEL, PUE T & IZAHRY O BH ML
02ml & Pl 0.2ml % RERE N TIRA L, 50C, 1M
OB BB SR & BIg L 720 B0 RS - miBes
HKOMEZE ZOBAROBAMII & L, HuffliA® 1:160 DL F %
Bk & HE L7z

3 BRRUER
3.1 HFERERLR

PUARAGI & R % 520 72 B OV - AR 000 e G 3
Z, F1LITRL,

153% 0955, BHIZ974 (634%), X564
(366%) T, BYDLh o720 FEiIITIE, Bl
B~ 6 OB ENEN 5] 4 (333%), 354 (229%)
THD% L, ROTTE~ 15mATNZN 364 (235%),
204 (131%) TH o 720 T ¥ = 7T HRMER Y, 153
%334 (216%) T, TROLDOBETREINVY=TIC
DGO FEMED E W E Bb iz PERNE B PEAY 20
%(206%), XMIX 134 (232%) T, 1ZIFFRRTH 5720
FERHITIE, Bl b T~ 15mKAT250% ~ 27.8% T
BtEsaim <, 1~ 6 mDMETD 196%~ 229% At
Btk Td - 7275, MoERCIIPURiio LHIER s hs
Nz,

3.2 A MrFIEEE & miER

PO AP 1k & 72 o 7o AR & I REZ, R 2 1R L7z,

Y.ptb (2% 3 % HufAiliix 31 4 (20.3%) 25 ETH D,
1 ~ 6 BT RTOIMIERE TR IEEPHR I NI, D
6, SHPHEEOBENI0 4 (65%) LikbE <, 31
S 4 IR 2 FEEH D MERE Ttk & o 722 &
5, BHEBREOWREAVR SNz, Yent (20§ 5 Hifk
il 2 % (1.3%) 25T, Wb i #E 08 # o &by
HTH o720

3.3 &I"YJIV— 7% Y.pseudotuberculosis HiiAfHBIE
R

153 %, Y.ent OPUARMASFGTEE 22572 2 4% B <
151 #4122V T, JERDIIFIERE B35 7V — 70
(8044 (53.0%)) L, ZNPATIIN Y =712 & 2 EGens
BEbh o 7 —T@ 71 % (470%)]) DHIF 7V — 7
I, Y.ptb X B HUAAIHERS R x, FIITR L
TNV —7DIE 80 £4H 94 (11.3%) 25, 7 NV—T@T
(& 71 440 22 44 (31.0%) 2SHUikMiREECTH Y, T =
TG G DN D 7V — T @D T5 HSHURAM O Bt F1E w
<, JIRRIEIRZ B9 2 7V — FOI R TR
A S N7z (p<0.005) 6

F1 MR- FERHITILY Z 7 IAMAERER
Ak Lotk i
97 (63.4%) 56 (36.6%)

e = - :

Uik At Lk ~6i% Ti~15i% | 16m%LL EN] Uik Al L% ~6i% Ti%~ 157% 153

7 (4.6%) |51 (33.3%) |36 (23.5%) |2 (1.3%) [1 (0.7%) [1 (0.7%) |35 (22.9%) |20 (13.1%)
e 0 10 (19.6%) [10 (27.8%) 0 0 0 8 (22.9%) |5 (25.0%) 53 (21, 6%)
B A o oo 13 (23.2%) -

@) MR A CARR S IV B
a) : V. pseudotuberculosis & ONY. enterocoliticalZ 9 2% Uit

x2 MAMEEEE - -BE & MER (BEH 153 8)

FifdE V. pseudotuberculosis Y. enterocolitica
1fn 75 T 1 2 3 4 5 6 Bl 03 05 08 09 s
PR E R (%) |7 (4.6) |5 (3.3) |2 (1.3) |4 (2.6) [10 (6.5) |7 (4.6) [31* (20.3) |0 (0.0) [0 (0.0) |2 (1.3) [0 (0.0) |2 (1.3)

1 440 T2 M E O HUAA 23 B
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£ 3 &R JIV— TR Y.pseudotuberculosis A TE #5582

el RIS -
YR 7 — R o ot
©) 9 71 30
JIIRF PSSR
ELERHE 11.3% 88.8% 53.0%
@
QLS T 22 49 71
)L =TT
By AN . . :
sepnrmE | 310% 69.0% 47.0%
31 120
it 151
20.5% 79.5%

3.4 Y.pseudotuberculosis Fii#{li & FERZFICDOWNT

Y.pth (ZF 9 % HrfAilli o W 2 K5 & EE OFERSEIZ D
WT, £4ITRL

151 4 DFEIRSE %, Y.ptb (26F3 2 HUARM AT 1 B
H LB BENCIEKT 5 &, PUMEREEERE IZ TV
YEZTHETHR S NI (387%), WEARTEE (484%),
A4 (29.0%), BERIEEY > o8 ded B I3 I >~
IHIIER (129%) 7% EDFERERD E A o720 F72, Kk
WIHEHE (226%), 1K - HFKEFEOMEH (548%) 7% &,

EGROHEEII DO RN BEF N Y — R3S o7z
(p<0.005 ~ 0.05) 0 —77, PukifilibatED & T, Ik
52 B3 2 T HR BRAG AT I (67.5%), FHEBY) > 7 3fHi
JERR (61.7%) 72 & DFSHEZRATH A > 72 (p<0.005)
RIEFEORAETE 3 KUK A DRERED S, FEIRSE L 5T
HAMIZ DO WTEDOBEER RSNz X ) Icb b
B, EREPIN Y ZTEPEDORA ) — = TITERR
L 200 DE, E5I2E L ORRIZOVT
F— 5 DEREFNDPLETH Do EEARI O &
DEHR TN Y = THEDBRPEEILR D212, 54D
Mkfoe L 7oA 2 i LTI FRETH %o

B, T THMRMEREO -, R TR
Be/NERE & oL RIBFFE DMk 2 L 72,

-
ARFAEDOFER B L T, ZROBHMFHREZ THeft
W72 & T LB O ET, R LET

&R 4 Y.pseudotuberculosis LA & FEIREE

sEk (FEFF)
TN—7 R
e 5215 Mk R
LAl 27 9 5 5 1 12 2
[ 87.1% 29. 0% 16.1% 16.1% 3.2% 38.7% 6.5%
ﬁfwﬁ 109 28 12 19 1 21 12
s 90.8% | 23.3% 10. 0% 15. 8% 0.8% 17.5% 10. 0%
HEKE (p<) 0.025
JUIEFFS 0D = BEE AR
Tn=7 T DU I A i 0 224 e e | PR ER S HE FEERT L B Y o
(58 LL — - — RERFRE Fi — — — W
) LV ALBE IR I AL B[ DR ER R
- 23 7 6 15 19 9 11 10 9 10
Pt 74.2% 22.6% 19. 4% 48. 4% 61.3% 29.0% 35.5% 32.3% 29. 0% 32.3%
- 97 50 36 34 83 81 57 12 26 74
ks 80.8% | 41.7% 30. 0% 28.3% 69. 2% 67.5% 47.5% | 35.0% 21.7% 61. 7%
HEKE (p<) 0.05 0. 005 0. 005
ftt D JE R Z O
=7 | Bk | . | e | R BB | spewnms | 505 e | I - FERAE
gttt T [y g | U Ry e | SRR e A FHAIIE |\
BT 2 9 2 2 4 3 1 1 5 7 17
Bt 6.5% 29. 0% 6.5% 6.5% 12.9% 9. 7% 3.2% 3.2% 16. 1% 22. 6% 54. 8%
g 15 9 2 2 4 9 0 5 1 4 32
FEtE 12.5% 7.5% 1.7% 1.7% 3. 3% 7.5% 0.0% 1.2% 11. 7% 3.3% 26. 7%
FOKHE (p<) 0. 005 0.05 0. 005 0. 005
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1) JERIEE, g ¥ AR, A R bAEN
BIF DIy = THEDFERN,
BRI & e, 796, 12-16, 1987
2) JRRIEWE, g P Of REE HPREY, KR
B 4RI BT AT VYT OERE, X571
TH—2V, 36, 366-370, 1991
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EERE

1]

RS FIR AT BT R DNA T 7 — & R—Z DG H (7)

Application to epidemiological investigation with

DNA database of Mycobacterium tuberculosis (7)

REFA, WER, e g PR

Ritsuko Ohata, Hisahiro Kawai, Hiroko Danjou, Hiroshi Nakajima

(Bacteriology Section)

=

=
=]

B IV T, SR O e KRG D PR, MBI RICE T 5720, RN ORI S EE D 50 S L fs
WO DNAMITZER L, TOMKELHHREREMEZIETT - X=2{LL T 5, ¥ 26 4FEE, Variable
number of tandem repeats (VNTR) AN X 1), BSEFEHIRRERZE TGS, KNG, Mk &g U0 BCG & D
FRAND 4 D> DEF TEGREHD =D DT 24T > 720 T 72, BGAZIE I Ol S L HEHIM % & ORIEA HFER T

% AL RGE R HIRR O 5 EEIRDLIZ DO W T B AR L 720

[F—T—F  #BHE, T—¥~X—Z, VNTR #8r, dbnifl]
[Key words : M.tuberculosis, database, VNTR analysis, Beijing typel]

1 EU®IC

B IR T, A O RRGRIR - AR D 780 R &
PP Bi% HI9IZ, FEE%H O DNA RIT 217V, WARTE
LRG ST — I R—A %R LT, BPFH0ES
AIEH L Tw s VY S OB TR, E
PR e LTI S T b JATA (12) -VNTR T
(BLFTJATA (12) -VNTRI &9 0) 2w Y, s612,
ZORIPEEN %4l D 72012, JATA (15) -VNTR f#HT
(LU FIJATA(15) -VNTR] & v 9,) K O £ &
(hypervariable, HV) $H3%® VNTR #4713 (LLF [HV-
VNTRJ & 9o) b L T2 %L Tw 5 7,
A, RERENHGRE 1360, RKIENEGSE 15
B, RPN ERGSEE 1K O BCG & ol 1 FE o
HA4o0HEF L, FOMOBIEEBIZOWT, DNA
Wrefrnwr— s N— 22 L ORG24 L 72,

CIT MEROBIETRICBW T, RO ER
DK 3FAUE LS, RAET MR 7 HILL EAUR T
5 b5 IRR (Beijing genotype strain) 2%, J&IA=FETI D
iR & R LA & D B2 & AT LB ST
W 51z, JentRER I HT A (modern type)
L AHSEAY (ancient type) (ZIX 4 S, FrEAIMRIZ SR

BHTRLEH LBV ES bR T02 Y, KOETI,
WEOFETIE R C BIED RS % SO L T 5 G EHTE
DGR BE TH PR 58 S W 2 HEDE W20 1,
BB BROBIER T 2 BENH L, THHDT &
D, P26 ERE D REFIEICE S bt &, ALt BIBR oM
FOHT A AR OX b ERL, 77— 7 X—RI1T38
L 7ze

2 MHERUOEE
2.1 TR 26 FEE D DNA BT Rk
VLN O BEFEREEE F 72 1A B 12 35 > TorHiE S 7oAl
BH O b, REBRENHRECEO 28, FKiEPEY
BEHBI0 2 Bk, KR NGRS o 4 7R K OV BCG
EOERN O 1RE, LITOZMICEENY L2 #3E36 61
BROFETORPIA SN, FEHT L 1HREZREL 69T
VNTR f#dT % F2hti L 720
(1) 60 LT O WP E O Wk
(2) PRAEFT A A D B - 7= 1R bk
- AL GRS (RRIAESE) TRAELBE (R
M, R oWk
CORRE, BN, PRERG, PRE L, HA, Eh

EIILRRBREE 2 —FH 113



D WK
- FOMPREFT RS &R L 72 B O Wbk
22 REXEK

JEYLIE D VB o TSI D BB TR 2 EHRIC S 5
P CERR 10 4E A 114 5) (DUFTIRGDED ] & w9 o)
(2D &GRS T B[RS RS Sl 2 bR 5 %
PREICRIY 2 e CPRE 19 SRR A S B4 5 7R 5 209 )
WZHE - Ttk %t L 720

F7, MASINIZEKROERIL, BRIIEDLSE 56 &0
24 B UV 56 4= 25 (A L 72 Hitiik T1T - 72,

KiMiW o DNA i, "4+t —754 -1~ 3
DREFENTNB K TH~ A7 28EL, 77 ALD
GEFxy Ay ML Tiro 72,

2.3 BEFkH 50O DNA HH

DNA i, ##%W VNTR N> F7 v 7 (il
& R REST S =2 T WERT —F 7 7V —
THE R 2012 4F) O [HIBEE RO MBIEE Lig o1k
W7k N H#E U TAT o 72
2.4 VNTR &R

4569 ¥R T JATA (12) -VNTRY 2 92#i L, JATA (12)
~VNTR #2369 Bk F 72137 — & X— A Ok & — 3
L 72¥41&, JATA (15) -VNTR 2 O HV-VNTR % it
My, TR E 57— X— 21258k L7z, VNTR it
MR OF — & N— 221, f##TY 7 b BioNumerics
ver 7.1 (APPLIED MATHS) % 72,

25 ERIOKLEIERHA

B G SR 1 (G 1), RIRMNIEGSE 1
Fpl (Fpl2), HEZEPEGEE 1 R (FH3) KO
BCG & o5 1 F6 (Fp14) D4 DDFHIIDONWT,
B 508 S N7 E O VNTR EATIC X 0 G R
ZRBLZ (1),

26 FEBEMOEEGETFEOXH

et Rl L DS F R DX B, Warren D)"Y
WZHE > THEM L 720
27 AAFBRKRICH T HHEE CHEROXS

P & LR DX 451F, Mokrousov H D E Iz
o THEHEL 720

3 #&R

3.1 VNTR BBiTiE
SERY 25 AR EEIC AT L 7245 RS 69 Bk VNTR # %,
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1IIRL72,

69 £ 12 > W T, JATA (12) -VNTR & JATA (15)
-VNTR K O HV-VNTR Z A b THIT L2 E 2
5, 2~3MEELAMDO I A5 =K E N (K
1 FHH1, 2, 3/UD),

69 Bk VNTR B % 7 — & N— Z i Dk & Heig L 7z
LA, 2925 —O% & 134 14 ¥kATJATA (12)
-VNTR, JATA (15) -VNTR } O HV-VNTR & CT—
HU72h%, WES 70 ~ 80 iAo BE T HERR T, FEH
RN EAEDL LR & 3H 1), BEBOBMEEITED S
Nhoiz,

32 EfIOKEHER

FRE, RLICRTEBYTHo 72,

FH1 RO 21%, ENZNRERE NG G K ORI N %
Ye L HIWF S N7z FBI3 T, il MR T o8
L7 SRR L 72 4 0 BHED I B, FEIRIELIA
fd 3% & e - 72 e DHIOEYF & HIBH L7z, F
B 4 TIZBE S HERD VNTR B78 BCG bk & 138 7% - 72
72 (KM 2), SRIERETHW SR BCCHASERE T
W &AM - 72,

33 AFBELMOEGFEORRVILTRKICSE T

AR LHEROXS

FRIE, K2ITRTEBYTHo7,

ARERETE YD 1 ¥k % B\ 72 68 Bk 46 HRASIL TR %
AL (676%), 9B, BFEREA 11 #E(23.9%) THIER S
34 ¥k (739%) Td o 720 ALHARIR OSBRI % BH D4
W TR &, 60 % & D A5\ B T LA 2 385 %
THo7270% 60U ETIZ188% THY (K3), £
TROBFIIBWT, HEE XY HEAOE G
A Sz,

4 EE

JATA (12) -VNTR, JATA (15)-VNTR J& O HV-
VNTR & TCTTF — & X— Aotk e —3H L7z 134 14
D55, HUEHMRICEEL TWiz 20 @toBE 24
DIHERP DR B 7 T AY =D, 77— 5 X—=AH DI
PR LT 7z 30 ~ 40 iAo 2 % 0 B 7Btk &
—H L7 ABDERDPHENZ LMD, LD EY T
LWOERPHIET S EBbnsA, BEEIIHRSTS
Neroize 20X BIBEENGENEZRIT 572012
&, EFRAICBWT, 22AURG &) R O KRR 7 i



=1

EHIOBE

g i H B

# &/  VNTRE

EHIME

1569 a b 7]

1570 b 88 2014/3/31

FEIRIE IR

2014/3/27

BFald, BRRLEBZEREZRLT
WS EREL DS, TD
BIKIEREZoDRALERICE
BINTW 28, HEBERNFLIN R

_ﬁ *)hf:o

EFa-bDBKRDVNTRAO T DS
B EBEFEN—HL, a0BREKER
ﬁﬂ%l:bd)*ﬁ%(:iﬁ%éhtt#i%

T=o

1608 c 84 2014/4/14

1609 d 80 2014/8/18

2014/1/17

BECLJIIRIET, MEMOHEES
—¥ hI=EREDNAOVNTREI M —ELT-
DT, chHhbd~DREELEEZ ONT=,

1610 e 86 2013/4/11

1611 f 51

2014/8/14

1612 g 70

2014/8/27

1631 h 74 2014/9/10

2014/8/24

=  BFe~hlL, NMHEEZARBEHRET
BE - AFTEAEHE TS ALFERKIZR
L, SHE5AN KRR L-ERAREE
BIDAFRE (e, g, h) EEEE (F) THo
Tzo e~h DD BERRDVNTRA HT DL
B f g hnBMOBEGFEE—H
L1=h%, e BERRIZ RGO TLV =,
elIRFERHFHILMDIZ LIYEL,
VNTREIEE L - TUV =128, R

2014/2/- —3 FEFBIOBRERICIDIREHREEZS

*Lf:o

gl FER25FICAFTLT-FF s TifilZ
EEMNDHY, MEYLIBINDIZELT
W=EDTEND, COEMBREDT)
FHEEFELHAINT,

4 1630 z i 88  2014/11/20

BEiIT2014F 4R ICERNA LS
Brah, T REREEL TBCGRER
EAEREZRIFEIAETIC4~5EF
BCG [T TULV=, 2D, 11 H208 ZHIERX
Tokyotk #RECTEIZTRBEMNTDHON, IE
U RIRA TG5%RL, PCRIGIEEEST
BCG fhfEiz L sns=,
Glaxo¥k DS DEREIERZE M IE
LIE—H DA DRBEEEIFERINTBCG
ey A EHIE T B=5OVNTRY &£
L, BCG#k&EELT=EZ A, VNTRE!
NEE-=-DT(HE2), #ERAIZKD
RmLHI I,

ek BRICAN, FIHT AR/ N A - BHAEOR
WHER, A XY MEANOBINRI R & X0 FEM R TR
AFT2080H 5 L Bbhi,

4 O DEGFEB O ET TIE, VNTRBATIZ & D &g
JICOWT ORI 2R E 7§ 2 & A3k, S5
BEOIIBIIEILT b,

JEER O BRI T, 67.9%ASILFAENCE L, 4H
) 7 30 25 45 S (738 %) 5 & O WEAE FE 0 LN o i
(77.8%) & K & N 3D 722 79 Jugt bk o

)b, FrERNE, WEEE L FARICEFEEREOBHE TE
SEESNIz0T, FlEREZOHNERET L LEID
5 ERbhiz,

Sthd, BHNORBRESERICO VT, JATA(12)
-VNTR |2 JATA (15)-VNTR & HV-VNTR Ofiji: %
2T 24TV, P THE R BBk o 43l bi % 3
BETLHIETT—IR—ADOLEZKY, AR
VTCABTVETH D,
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JATAL2 JATA12 JATA15 Hypervariable

4 a8 o ¥y w e = » o 9 2 9 ® I
§ § © & & & & & & & & & a = S & 8§ 8
e N N o e E E E E E £E E E E £ £ £ 5 5 8 8 F
f...%...%...f...y & & &8 &8 & & & & &8 B B & O & L O O O ko Fi I EEH EETR
4 3 3 3 3 8 4 6 7 8 4 10 6 21 14 14 1566 71 M Takahashi B ancient
5 4 3 3 3 2 3 7 4 5 7 8 4 1618 85 M Ocity B ancient
4 3 3 3 3 7 4 5 5 7 4 3- 5 10 9 1604 65 M Tsuyama B ancient
= 4 3 3 3 3 3 7 4 5 7 6 4 9 8 4 17 12 3 1610 8 M Kcity B ancient
3 3 4 3 2 3 7 4 5 7 9 4 1598 85 M Ocity B ancient
3 3 3 3 3 2 7 3 5 8 8 4 1 8 4 13 13 13 1619 75 M Ocity B ancient
i 4 3 1 4 2 3 7 4 5 7 8 5 1617 56 F  Ocity B  ancient
4 3 4 4 4 3 7 4 8 8 8 3 5 8 3 15 8 6 1590 34 F Ocity B modemn
1 2 3 3 3 3 6 4 5 7 8 4 1597 86 F  Ocity B ?
2 2 2 4 3 2 5 4 3 7 8 3 sfB00 3 13 3 3 1601 71 F Ociy o
4 3 4 3 8 3 7 4 5 7 8 3 8 8 4 14 14 9 1603 71 M Ocity B modern
4 3 4 3 6 3 7 4 5 7 6 3 8 8 4 4 14 3 1630 8 M O B modemn < H{f 4
4 3 4 3 5 3 7 4 5 7 8 3 8 5 4 14 14 6 1576 83 M Ocity B modern
” 4 3 4 3 3 7 4 5 7 8 3 8 5 14 14 10 1577 46 M  Ocity B modern
r> 4 3 4 3 5 3 7 4 5 7 8 3 8 8 4 9 14 10 1584 32 M Kcity B modemn
© 4 3 4 3 5 3 7 4 5 7 8 3 8 5 4 16 14 10 1615 57 M Ociy B modern
4 3 4 3 5 3 6 4 5 7 9 3 8 5 4 13 12 9 1574 8 M Ociy B modern
4 3 4 3 6 3 8 3 5 7 8 3 8 8 4 8 11 10 1573 56 M Ociy B modern
o 4 3 3 5 6 3 6 4 5 7 7 3 1568 31 M K B ancient
4 3 3 3 7 3 7 4 5 7 8 5 10 8 4 13 12 5 1575 81 F Ocity B ancient
5 3 3 3 6 3 7 4 5 8 8 5 10 4 17 18 20 1632 8 F O B modern
17 4 3 3 2 7 3 8 4 5 7 10 5 10 5 4 15 13 g 1587 43 F Kty B ancient
% 4 3 3 2 6 3 7 4 5 7 10 5 10208 1 15 13 g 1607 67 M Tsuyama B ancient
* 4 3 3 2 7 4 6 4 5 7 10 5 10 5 4 15 12 g 1578 87 M Ocity B ancient
— 2 3 3 3 7 3 7 4 4 7 8 5 5 8 4 15 13 5 1606 77 F K B ancient
4 1 3 2 7 4 7 4 5 7 8 5 10- 4 16 15 12 1580 87 F  Ocity B ancient
1" 4 1 3 2 7 3 7 4 5 7 8 5§ 10 9 4 16 10 12 1582 35 F  Kcity B ancient
4 1 3 2 7 4 7 4 4 7 8 5 9 9 4 16 17 9 1608 84 M K B ancient
) 4 1 .3 2 7 4 7 4 4 7 8 5 9 9 4 16 17 9 1609 8 F K B ancient Bl 2
4 1 3 2 6 4 7 4 5 7 7 5 0 7 4 18 14 12 1613 75 M Ociy B ancient
4 1 4 2 5 4 7 4 5 7 7 5 0 7 4 18 14 12 1629 70 M  Ocity B ancient
_: 4 3 3 3 4 3 4 4 5 7 7 5 1600 84 M Ocity B ancient
. 4 3 4 4 6 3 4 4 5 7 8 3 5 8 4 7 15 10 1635 38 F Takahashi B ancient?
4 3 3 2 7 3 7 4 8 11 6 5 1589 88 F  Ocity B ancient
50 2 3 3 3 6 4 7 2 510 8 4 7 8 4 11 g 7 1614 81 M Ocity B ancient
7 4 3 4 3 6 3 7 4 5 7 4 3 8 8 4 12 14 10 1585 63 M Kity B modern
2 3 3 3 3 3 7 4 2 4 8 4 9 7 4 14 17 15 1567 16 K city B ancient
4 3 3 3 3 3 8 4 2 4 8 4 o808 4 14 14 14 1622 78 F Ociy B ancient
4 1 3 2 7 7 4 4 5 7 8 5 10 o 4 [ 1 1 1621 8 M Ociy B ancient?
1 3 1 3 4 2 5 4 311 5 3 5 2 3 5 5 2 1596 82 M Ociy o
56 2 3 1 3 3 2 5 4 2 8 5 3 1623 89 F Ocity o
2 3 1 3 4 2 3 4 4 12 4 3 1602 67 M  Ocity o
2 5 1 4 5 3 5 3 3 9 7 3 6 10 3 16 3 4 1634 67 M Takahashi O
3 3 0 2 3 6 5 4 3 11 8 3 8 5 4 11 7 4 1616 86 M Ocity o
o 2 4 2 1 2 3 1 2 3 14 8 4 1592 85 M Ocity o
7 2 5 2 1 2 3 1 2 3 13 8 4 7 7 3 5 11 4 1595 85 M Ocity o
2 3 2 1 3 3 1 2 2 13 8 4 7 7 3 4 8 4 1620 76 M Ocity o
2 5 5 1 2 3 1 2 3 13 8 4 7 6 3 5 14 4 1569 o
2 5 5 1 2 3 1 2 313 8 4 7 3 5 14 4 1570 88 M K o
2 3 2 3 1 4 5 2 2 6 7 3 1581 66 F  Ocity ¢}
4 6 4 3 2 2 7 3 5 10 8 5 1625 24 M Ocity o
4 8 3 2 8 3 7 4 3 10 8 2 1605 78 M Tsuyama O
4 3 3 3 3 6 4 2 4 3 4 1588 82 F  Kcity B ancient
4 4 2 2 2 3 5 4 2 6 4 4 1593 87 M Ocity o}
2 3 3 4 7 3 5 5 5 7 2 5 10 5 4 12 13 10 1611 51 F  Kity B ancient
2 3 3 4 7 3 5 5 5 7 2 5 10 5 4 12 13 10 1612 70 M Kcity B ancient
2..3..3 4. .7.3. .5 5 5 7. .25 10 5 4 12...13 .10 1631 74 M  Kcity B__.ancient
M 3 3 3 4 7 3 7 5 5 7 2 5 8 8 4 12 12 11 1579 45 F Ociy B ancient
o 3 3 3 4 7 3 7 5 5 7 2 5 10 8 4 11 13 11 1627 71 F  Ocity B ancient
3 3 3 4 7 3 7 5 5 7 2 5 10 8 4 12 12 10 1628 79 M Ocity B ancient
B 3 3 3 4 7 3 7 5 8 7 2 5 1591 60 F O city B ancient
2 3 1 4 3 2 4 4 3 3 3 3 1626 94 F  Ocity o
1 4 9 3 9 1 2 4 4 7 7 2 10 11 4 1 8 4 1599 68 M Ocity o
” o L.4.8 8.8 1 2 4 4 7 7 2 10 1 4 1 11 41638 36 F Takahashi O
A T AT TR A 8 11 4 111 4 1571725 TF T Kty o T i
) fl4.7.3.9 1.1 4 4 7 7.2 8 M 4 1 11 4188 25 F Ky O '@
2 3 1 345% 2 4 4 3 8 5 3 1624 87 M Ocity o
2 3 1 3 4 2 5 4 3 11 5 3 1594 88 M Ocity o
8 6 3 3 247 7 3 5 10 8 5 6 9 3 10 5 g 1586 32 M Kcity ¢}
35: 355 I 200: 205k MEH F ki
456: 4&5L6 B 1113 11e13 “BALRE, O o
467: 4&6&7

1 P 26 FEICHR L 2 REIZE 69 ¥ VNTR &
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JATA12 JATAL12

JATA15 Hypervariable
2 8 o v e e r o o 2 3 ¥ a 3§ _ 8N o o
s £ E £ E E 2 E £ 2 E 2 E 3 03 oo 8 8 I N G I BEM EETR
g g 8 3 v & 5 5 5§ &8 8 8 8 8 8 8 8 8 © o b g & & -
2 1 10 3 6 7 2 BCG Glaxo
100 02 0 3 3 1 5 5 310 5 1 3 8 5 6 7 2 BCG Tokyo
3 4 3 6 3 7 4 5 7 6 3 8 8 4 4 14 3 1630 88 M O B  modemn

M B B ImE

2 BCG k& DAl

®2 ARBEHBOSEERI

EEDOEE  10-19 20-29 30-39 40-49 50-59 60-69 70-79 80-89 90—

total %
FrEE 2 1 2 1 1 4 11 (23.9%)
tHER 1 3 2 2 3 10 13 34 (73.9%)
ItRERE
P N:) 1 1(2.2%)
N E 1 5 3 4 4 11 18 46 (100%) 67.6
o oo B 3 2 4 3 9 1 22 324
& g 1 3 7 3 4 8 14 27 1 68* 100.0

*ERATLT-69% e, 1D 14k (No.1569) [XEERENE LD =H K4

<60%% 607 =

FER.
18.8% -

FEE

38.5%

M3 BEOFEHAHCREKD KR

mEILRREFRE > 2 —F8]
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4)

5)

6)

7)

8)

X ®

REFES, g 5 R RIS BT 2 s — 2
DAEE T REFLP BN O 538, H AR KSR M7 A HEGE,
52, 736-745, 2005
KRBT, Wadid, il 5 BRI S
\F % 55 B% 18 DNA T 7 — & N— Z O (6), [
IR BR SR > & — 43R, 38, 43-47, 2014
BUFMRE], REEE, T MR WE B, Ok

A EINFRZETR O 72 o AE - i 2 SR
%R (VNTR) 5047 > A7 &, ##%, 83, 673-678,
2008
MGz, BA %
(VNTR) #HTIZ 3D { 5 & T DREL,
85, 845-852, 2010
W], FIHSZ, AARNE NS R 2 2=
X B B 7230 OFEHE AR LY 2 B (VNTR) 7047
%, HAHI RS, 65, 201, 2010
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A% W OEs ARSI 2 B
%,
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B9 4 0V 2 DIEF
—MINEOBEEGREZ BTS20 7 4 VA A OiATIRIE (2013/2014 ¥ — X V) —
Epidemiological Studies on Viruses Causing Gastroenteritis in Okayama

— Surveillance of Rotavirus A from Sporadic Gastroenteritis in Okayama Prefecture (2013-2014) —

BRART, BEFREGE, T, RRISSRIT, MRRAE, L B, RY F

SEWMA T (74 VAR
CREILAR TR NER, T o9 o/NERE T ENE B I o 7 —/NER
Kayoko Fujiwara, Ritsushi Fujii, Masako Hamano, Mihoko Isoda, Yasuhiro Matsuoka,
Masaru Inoue, Shin Nouno, Tomohisa Kanadani
(Virology Section)
Department of Pediatrics, Okayama Red-Cross Hospital,

“Nouno Pediatric Clinic,

“Department of Pediatrics, National Hospital Organization Okayama Medical Center

2 §F

2013/2014 > — X > (2013 4£ 9 H ~ 2014 4 8 1) OEFEH B2 EHF S A 698 FHIZOWT, A 4/ 7ux MESIE
BERPUREIC L 208 T4 VA A OBREREAT, BlEe o7z 5 2OV T, #fikE PCREEIC L ) GAIGI & P AL
REMELIZ. TORE, BAITXTTEY T4 VA ABEFPHEREI N, 0 F 74V A A OBBEEHIL 2014 4 1
H~7THT, BMO¥—2133H~5AThorze Fh T, 1o 321 (33.7%) 23| b %o 720 GHIE 94 1
THEWRERTH Y, WHRIEGL 259 4, G2 2330, G3 U GIZ 21k, Gl & G2 DRGEIDS 11 TH o720 PH
M 66 fECHIEWRE T ), Wil P[8] 2364 fF, P[4] 232 THh o720 GIP[8] &I S 7z 59 HhIZD>WT, fEktk
T % PBIEFHEGHRERRTD 5 2200 THiB R 2 & 217 o 72858, ST HETdH o 2o etk ffa R e hh
Kbk & HfEE S 720

[(F—T—F:msv 4V A BE% S5 PCR, #@aFHESHE 775 ]

[Key words : Rotavirus A, Gastroenteritis, Reverse-transcription PCR, Reassortant, Vaccine]

1 FU®HIC GAP[8], JUNGOP[8]|TH B V¥,

oA NVAALLFIRVAIE W) ), LETAIL
ARHIRTH 2R RNA Z 7 ) L LTHRO2YA VA
T, A7z A B (VPT) RO A 34 7 72 AH (VP4)
32— N3 5EETFICHEDSEX, Z21F N G(Glycoprotein
DWs5) A% A OF P (Protease sensitive D) & fz
TRICHHE NS Y, BIEZ TIZ, GEETRIZOWT
1 Gl ~ G27, P #&fn T HENZD W Tld P[1] ~ P[35] %
NZNRERENTEY Y, SS5LEMHEOMAADEI
Lo TEL DBIETRDHFEL D 5%, ZOHIHe M h
LB SN HERE WO, GIP[8], G2P[4], G3P[38],

RVAX/NEDOT A V2 2B B REOFWEMAE LT
EDOOTHEHINTVEI LS, KA IV ADRY
FRiEHME LET 7 F V0B A —h —THFES
N, ZOEAIRINED SN TVDE Y, EhdboL
LT, b b RVA ¥ (GIP[8] ) Hisk D ¥ifli 7 27 F > T
H5Rotarix“(FF 27V + AIAZ T4 U4, RO
t M RVA ® Gl ~ G4 ® VP7 # {5 T & P[8] ® VP4 &
ETEMAAATEY ¥ RVA BIET-H A2 R Hk$
% 51ii7 7 F > T % RotaTeq™ (A b 7 48 23515
TWwb, FAENZ BT Rotarix “25 2011 4 7 H 12,
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RotaTeq %% 2012 4 1 HIZ Z M N BIERE S A
PR S N7z AL, BNIZBIT S RVA IRATIRIL %
REFERICIRAE L, HFE oSN oORITHER Y 7 %, M
ETHEARRVA ORNEAYEZH 2L TE 72,
B2 201172012 ¥ — X VI BLPR A AHERR & 7z B T
HEAKRVAZ, RA257 /7 7Vv—7H (Gl 7a b
Y4 TTHDHWar ) AT V—TERMTa 47
THhbHDS-17 7 L7 NV—T) OEETHESERICHEK
TOHTHole TbHIOKIE, VPT KU VP4 i#
ZF 3 Wa ¥k & [7 U GIP[8] T& %A%, VP6, NSP4 %
U" NSP5/6 #1575 DS-1 ¥k kil —CTh o72o ZhE
TOMPEZHE 2T, 2013/2014 > — X > b5 X HE X
ZEHIBRBELLOY AV A & BIZ TR 2470,
LD RVA FATIRIRIZOWT T 7 F ¥ OB & AT
L7

2 WREFE
21 MR

201349 H~ 201448 H (lBAE9 H ~FAEZH &2 1 ¥ —
Ay &3 %) [ZRNO 3 EREE TR Wz e 5
S (GEH 0 e~ 28 1) 5 AME 698 1F % v 72,
22 FHi&

RO RVA BRI F v N (f &7 70< MEF 238
FHRBE) 2L D RVADRZ ) —= v 7217w, Btk

120

100

Lo lzmARIZOWT, BlRF v b (QIAamp Viral
RNA mini kit, FRASHF 757 2)I12L D RNA Z i
L72e 2O RNA ZH T, Gouvea b DHB:2 L B
WiHEE PCR(BLFIRT-PCRI &\ 9 o) T G @ a1
%, Wu b ") X 5 RT-PCR #: T P iz -85l
HFERML 7z S BT GIP8] & HE S NRICD VT,
BIZTHESHRICHR S 2022 5 IH 55 %
7%, NSP4i#ifnT-& NSP5/6 i#tfn T- % ¥ 9 % RT-
PCRE&EY 2 %ML 720 SRICX DB ONIEDH A X
DL E 17\, NSP4 ) > NSP5/6 M OBk, 7E%
R (A ik B 1% - Long /8 % — ¥ ) Bk, NSP4 JE# <
NSP5/6 B ORI, BAZT R A ERA (B k)
& : Short 735 — V) bR &3 L7z

3 R
31 TAILRBHEIRR

SAEBRK6S DI B, A7) —= v 7 ThkL
%o 7295 RTT, RT-PCREEICE D 7 AV A #IE
TR S, RVA BliEIL, 136% TH -7z

Al omgE e RVA =% 11273, RVA
(X 2014 4E 1 A~ 7 Ao, fgEdkm s, MitEis, 3
H (359% :33/92), 4 H (289% : 26/90), 5 H (22.4% :
22/98) DNECTEH > 720

RVA BIZ T2 &z 50 ) 5, FERi A%

7 40%
35%
30%
25%

20%

# EE W

15%

10%

5%

0%

2013.9 2013.10 2013.11 2013.12 2014.1 2014.2 2014.3 2014.4 2014.5 2014.6 2014.7 2014.8

OMREHH —-BRHE
1 BRIOZ T4 IILIBEIRR(2013/14 ¥ —X>)
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Br\va72 66 0 BB FRNT 0~ 10 TH 0, 1k (32 4
33.7%) e b % <, 3k (11 14:11.6%), 2 7% (7 11:7.4%)
IR ARV A

3.2 GEGFERY P EETFROHEIR

RVA BT MR INTZ B0 b, 41 TGHE
RTFRIAS, 66 TP MIETRAHETRETH - 720 K
G EiE TR OBHIRIIZE, G1 A759 74 (62.8%) & b % <
KT G2 %330 14 (31.9%), G3 KU GY A3%% 2 14 (2.1%),
Gl & G2 DRE GBI 11 (1.1%) TH - 720

£ GHEETROANBBREEZE1LITRT. G,
2H~THOMIZHINEN,3H~5 AN - Th o7,
G21%, 2H~5ADMICHEN, 2HE3ANE—2
Tho7,

% G BZTFROFEHIBLIRIE £ 2 177, Gl i,
ASHIH % B < BB ARG I 0 e~ 10 7% T, HEIZ 1o
WAL D o7z G21E, AWK Z R < B AERR L 0 7~
3MME U8 ETH > 720

P BT RIAHEWRETH - 72 66 1O NFUL, P[8]

7364 11 (97.0%), P4 43215 (30%) TH o720 G HEInT
B O P AR TR oM E AT B M S vz 65 thow
1%, GIP[8] #%59 1 (90.7%) & & b % <, G2P[4],
G3P[8] Je ¥ GIP[8] »3%%5 2 11 (3.1%) TdH - 72,
3.3 G1P[8] DEGFHESHERKEFEN

GIP[8] & g S N7 59 hD 9 B, 58 T NSP4 L T
NSP5/6 it fn T7-® PCR W 2543 S 7z, PCR EWH A
ADHEZIT o728 T A, 45T NSP4 < NSP5/6 £ 72 1)
GIP[8] & [l & N 7= 4T O E AR T FHE AR R bR
L sz,
4 EBE
2013/2014 ¥ — A ¥ O RILEFIC BT 5 RVA DAt
i3, SH~5A#¥Y¥—27 &3 5% GIP8] % Tl & 5
5L DTHo7o GIPB] 1Tk M5k b & IE ISR
ENBLEVDONLEETHTHY, BENTIE2011/2012
V=X vl SRME ALY .
RVAMMEEL, 727 F VBBAMMOTY — A ¥

z1 FGEGTROAMEERR
- #HWA it
BEETH
201309 201310 201311 201312 201401 201402 201403 201404 201405 201406 201407 2014.08 (%)
59
G1 3 19 20 15 1 1 (©628)
30
G2 8 12 5 5 (319)
2
a3 2 @2.1)
2
Q9 i ! @1
2.4 1
BEH 1 (1)
it 1 1 33 26 21 1 1 94
£2 FGEEFEOERINBRBINRL
. Fih (%) -
BT u B
0 1 2 3 4 5 6 8 10 PNz
G1 4 21 2 6 4 1 2 1 1 17 59
G2 1 8 5 5 1 10 30
G3 2 2
G9 1 1 2
BAY 1 1
Hi 6 31 7 11 4 1 2 2 1 29 94
(%) (6.4) (33.0) (7.4) (11.7) (4.3) (1.1) (2.1) (2.1) (1.1) (30.8)
FILEREREE > 4 —FHR 121



“ 4

2012/2013>—X>

4
]

r/////////////(

PO

AT

2013/2014>— X

2 GEGEFEARHIKTOLE

(2004/2005 > — X ¥ ~ 2010/2011 ¥ — X ¥) 2BV T
204% ~ 30.1% OHFPHATH D, WFhOT—2 ¥ H 20%
PLETHRLTWAY", 2Tk LT, 2013/2014 & —
A Y OBHEIZ 136% LK<, 77 F VALK B
DU REMEDE 2 b7z,

2013/2014 ¥ — X > ¥ 2012/2013 ¥ — X ¥ D % G i1z
TRIBH IR O iR 2 X 2 1R BRATAENI & — X
YEBIZ Gl Thorzs, 2013/2014 ¥ — AV iE, Gl D
#HEH2012/2013 ¥ — AV LB LTIRF L2— 4T,
2012/2013 ¥ — X VI L A ERIE S b o 72 G2
DEEVPRELL LH Lz BBIZT 7 F vV E2BALTNS
TIINEIIBWTIE, HlioT 7 F Ik o> TGL A
Pl S Nz R, MER S 7 A5 2 ) G2 o E &
BERLZE#HEY PshTsh, BRNTHEBEOB
KOG LTS E 2 S, —7, BNICBITS
WD G2 RINEIEZ A &, 2000/2001 ¥ — X > 3%
% @ 47.0%, 2006/2007 ¥ — 2 13 G112k < 326% &,
s — X v L AT G2 RIMEI A AE WY — X U AHE
FEL YY) 2013/2014 ¥ — X ¥ @ G2 OGN E AL H)
OFIPANTDH 2 W REME S & 2 H 7z,

G1P[8] Dz T HE A RHRRIE, 2011/2012 ¥ — X
VR THO THAEATERE S T UL Y, 2012/2013
¥ =X 1 GIP[8] @ 3E% LTz W%, 2013/2014
=X U TIIMIN E N2 TR T ORI BIZTF TEESARH
FrRLERE S NI, TNITKD, TERBRIVICREE &

122 RMUBRERELE> 2 —F®

LR ONTEIZBIEF IR G HRE KA 3 ¥ — X > i
THAT L7222 & &Y, Flmiifrbke UTIRNIZES
L7z getEdE 2 Hhiz.

SHLT 7 F VEAIL S RVA RATIRIISH 3 %5
BEBGEL T 72012, BB OB)N K ORI 18
Rk Z &7 RVA IRfTHROHERZ IZOWT, K
WD ERRNE=Y ) Y IPRLELER OGN,

X ®

D /HEE WREZ: 9% 974 VA, 74 LX,
50 : 157-172, 2000

2) Matthijnssens, J., Ciarlet, M. McDonald, S. M.,
Attoui, H., Banyai, K., Brister, J. R., Buesa, ].,
Esona, M. D., Estes, M.K., Gentsch, J. R,
IturrizaGomara, M., Johne, R., Nakagomi, O.,
Parreno, V., Rahman, M. Ruggeri, F. M., Saif,
L. J., Santos, N., Steyer, A., Taniguchi, K.,
Patton, J. T., Desselberger, U., Van Ranst, M. :
Uniformity of rotavirus Classification Working
Group (RCWG). Arch. Virol., 156 : 1397-1413,
2011

3) Santos, N.and Hoshino, Y.: Global distribution of
rotavirus serotypes/genotypes and its implication
for the development and implementation of an

effective rotavirus vaccine. Rev Med Virol. 15 : 29~



4)

6)

8)

9)

56, 2005

HUAlG, MALITF U F 2L uy 4 VR
DREGEHIE, 74 VA, 60 :33-48, 2010
ek, T, BREEGE, DNEEE A
A, EREBLEICBI S AT S AL
HERIE & M Y5045 > e als OBl Ia), 5 I AR AR
1H#k, 26, 4-6, 2005

BACRE, EEH, ORHER], RHFEEE, BEAR
BE, S, AT EINRICBT 5 AR
Ty AV A DR IARYE & M3 B 554 D el D B
), A R R, 32, 71-72, 2011
EUPHEF, KRR, BRIFREGE, BRARDE, 81
JekE, SRR, MREFEA LB 5 AR
T %AV ZOR AR (2010/11 ~ 2012/13 ¥ —
A Y), WRERBAEM B AL 35, 68-69, 2014
Kuzuya M, Fujii R, Hamano M, Kida K,
Mizoguchi Y, kanadani T, Nishimura K,
Kishimoto T.: Prevalence and molecular
characterization of G1P[8] human rotaviruses
possessing DS-1-like VP6, NSP4, and NSP5/6 in
Japan. Med Virol. 2014 Jun; 86 (6) : 1056-64. doi: 10.
1002 / jmv. 23746. Epub 2013 Sep 16

Gouvea.V., Glass, RI., Woods, P., Taniguchi, K.,
Clark, H. F., Forrester. B. and Fang, Z. Y.
Polymerase chain reaction amplification and
typing of rotavirus nucleic acid from stool
specimens, J. Clin. Microbiol.,, 28: 276-282, 1990

10)

11)

12)

13)

Wu, H., Taniguchi, K., Wakasugi, F., Ukae, S,
Chiba, S., Ohseto, M., Hasegawa, A., Urasewa
T., Urasawa, S.: Survey on the diistribution of
the gene 4 alleles of human rotaviruses by
polymerase chain reaction., EpidemiolInfect.,, 112
:615-622, 1994

Correia JB, Patel MM, Nakagomi O, Montenegro
FM, Germano EM, Correia NB, Cuevas LE,
Parashar UD, Cunliffe NA, Nakagomi T.
Effectiveness of Monovalent Rotavirus Vaccine
(Rotarix) against Severe Diarrhea Caused by
Serotypically Unrelated G2P[4] Strains in Brazil. ]
Infect Dis. 201 : 363-369, 2010

Nakagomi T, Cuevas LE, Gurgel RG, Elrokhsi
SH, Belkhir YA, Abugalia M, Dove W,
Montenegro FM, Correia JB, Nakagomi O,
Cunliffe NA, Hart CA. Apparent extinction of
non-G2 rotavirus strains from circulation in
Recife, Brazil, after the introduction of rotavirus
vaccine. Arch Virol 153 : 591-593, 2008

EUPHE T, BRI, RHEW], Btk R
¥, R, REE SAWA BBEETAVA
OPEEIRZE - IR OBIE R B REFICB T 50
A VA A OFATIRD(2012/2013 ¥ — X ), [
IR BRSSO M2 > & —4E3R, 38, 55-58, 2014

FEILRRBREE 2 —FH 123






REIERIEREE > 2 —F#H, 39, 125—129, 2015

EERE
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HOE BAE ML INBORAE BB (SFTS) 7 4 Vv 2 PRA7 A

Inhabitation Surveillance and Severe Fever with Thrombocytopenia Syndrome (SFTS) Virus

Detection of Ticks in Okayama Prefecture

EEPHET, BEHISERE T, BEECERAT, ARRIOREE, EESRELERE, OKHREW, BAEAT, SHEZT
FHEZE", HI KT (74 VAR
CEAEORERT, PR, U IMERAL TR IEAERR, T T B R GGETFERT  BREE R
Masako Hamano, Mihoko Isoda, Kayoko Fujiwara, Yasuhiro Matsuoka, Ritsushi Fujii, Kouji Kida ¥,
Takuji Shimamura **, Akihiko Ashida ***, Akihiko Uda ****, and Shigeru Morikawa ****
(Virology Section)
* Mimasaka Public Health Care Center, ** Bitchu Public Health Care Center

*** Health Promotion Division, Department of Health and Welfare

*** Department of Veterinary Science, National Institue of Infectious Diseases

£ F

R 25 4E 8 H~F 26 4E 9 HOl, BN T7@EmTH LIl M~y =2l L, BREBFWBIEICLY, S48
et L7ze F72, WL = L5 =0T, TREBPEM/ MR AR 7 £ )V 2 B8R TR % M L 72,
B, MENEO—HIL, EEMADO—BRE L TENIEGYEMETICB VT4 VABRTREEIT o720 7TEMTN
TT, beTIILM3s2A LS, FF~F=, 7¥MNrF~x5y=, X F A F~y =GR B,z fili
e~ = OfELKIE, HROCHAICE ) ESE SR, AR~ Y =ML, FEHLHIIC L VAT 2 L5 »avbih
720 ZEFATSFTS VA VARA PR SN2 5/ (FF~ 5=, 7% bNrF~y=, errrF=xsy= *++}
FIIFZ, AP ITFXFITIIIIZ)ICO0TE, WINLRNTOAL RSN, HEEHEDL S o7, Wi~y
= 1577 VL (1,441 BefR) D7 £ )V ABIE TR DOMER, 75 WX F~ 5 = 284k 5 SFTS 7 4 WV A a2 S iz,

[F—7—F  BEA I/ IMOGRARERRE, ~ 5 =, @5 PCR]

[Key words : Severe Fever with Thrombocytopenia Syndrome, Tick, Reverse-transcription PCR]

1 (FU®HIC FRETANVAEBRETAEIY IS b 2 LT

FE B O A E B RE (BLFTSFTS) &9 o) 1,
2011 AR ICHPEORFREL Ik o THRESNIZT =YY
ANWAR T LRI A NV ZABICHH SN D SFTS 7 1 v
225 THERI ENDH LVEGETH ) Y, 2013
1 HICEMNGE LREAHE S TR, WHAD 15
DOET110 HOEENTHER SN TV (201544 A 8 H
BAE)Ys BT, 20134E7 HI2WDH T2 40O BHE
AR THER S 725, 201445 HETHIZE SIS
%1 HOBEDVHEREN, INT TOREMERII 44
Lo T2 (20154 3 H 31 HBIE) o Z ORYES,

Yei b L ENBA, FNTOBRS~ 7 =HiReZ 04 Ik
MIZDOWTIE, KRETH o720 FINRTYH, ML=
WA A T & 5 HASKLHEZA O BB FEANZ B LT, b
WA % BUE LA FERi SN2 Lidd o725 D
D, WTFOX 5 =12 2 MkH0 2 HAIXER S Tw
B otze A, BNTOSFTS BERAEE % T,
N EIOERIZBIT 2 %28 L7z~ & = A JARDL &
SFTS 7 A V AR IR DOFAE %17 - 720
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BTOSREMENO THEZER(A~G &L,
20134 8 A~ 201449 Ao, A 1WHIRY FEI2X D
RN 7ot~y =2 g & Uiz AT - SO e @
SE RUBCE, AT K OF SETS BB A2 £ 11TRT,

x®1 REFFRIEREE &REHFE

3 WBF
31 BEROYH-£ERKR

I~y =1, 11H, 3524CTH-o72, ¥F
=i, RELAT7TEBHTNTCHES N, $72, Ptk
L7214 r» HoM, MHWIhrog TS,
ECIH~AHOMENITE o7 EMF %<6
ERTIE, TRENOFELE 28 L T~ 5 =249
I hiz,

waerr | xw | BEEs BELR SPISBERLEH i . \
F P (20153 31B7E) I~y =fl, BFATF— Y ROMEHEN O
_— o A 201350 F ~ 201459 ) 2F21C, HNEEZX1ICRT, T, 5<%
’ B 2013488 ~201449R =2 b % < 1421 L (40.32%), DWTT7 ¥ " rF< ¥
{5 . ¢ 201348 H ~2014598 N . s
HE% > 20139 201450 F 1 F2 HEBX7T-URvZ ZiEER
E 20134104 ~201449 A - - e A=
L e = = - am o~  |#y=|=s= B ()
— — — — |
i F 20134E 108 ~20144F9 - FFIH= 342 800 | 124| 155 1,421
B - - -
e A 2013 3E ~201470F . TR FRE = 314 684 | 250| 47 1,295
Agm - — — ESFHFTE= 0 0| 307| 202 509
THETFFIE= 26 46 7 21 100
22 FHi& FHhayavs = 16 52 1 0 69
- =
gL~y =1, BRIV H-AEF AT — _. .
YIT7SVFIL= 1 14 8| 15 38
Vo MEERSENIL, A ZEITERFL 7.
. - _ YINTH = 0 0 15 9 24
222 HWETHZZ=H50OSFTS 71 I AEEFIETE
N NN . NN EESIE 4 el 3 2 3 6 14
i~y =—mnrbH, FHEIELICES KPS =D—
oo g e — s . . Juh = 2 0 1 1 4
B RO, RS 212 LT S 7 P % PBS (-) it
(2R X, QIAamp viral RNA mini kit & QIACube [k 0 1 S ‘
(X 12 QIAGEN &) % il\:CT & 4 b % RNA % 3 L £t 725 | 1626| 716| 457 3524

720 TORNAZHWT, 7, bt oOEKRBATH:
5N 5 SFTS VA VAOK7zAFTE % 32— F$ 5 NP i
EF2EME LT Y AT v 7 - #EE PCRY Y09 b
D754 <—%v b 2(SFTSV NP-2F / NP-2R) THilig
L7tk WHICHRELLETS4~—+% v  (NP-3F /
NP-3R [EIEGIERFZEAr %t AKFEFEK) T nested-
PCRIZE ) o A4 WV ABET#HRE L7

72720, EEAENOWM G & U CENIEASENTET
AN L ZIZonTR, #5 =oBEEEk 7 — v
KO 5 = O & Sl S 7z £ )V X RNA % H
WT, TYRF v T =T A LMEE PCRY Ik
N7 ANVABIRFRBEDAT DT,
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x3 AR~ 4 ZEEH

5 1 2 3 4 5 6 7 8 9 10 [ 11| 12 | & ()
*FvH= 90| 59| 112 40| 52| 21| 28| 198] 229 162| 223| 207| 1421
TANTFFIHZ= 0 0| 87| 112| 74| 171 | 145| 116 503| 64| 11| 12| 1295
ETFAFII= 91| 134 93| 57| 28 0 0 0 0 3| 48| 55| 509
THNFFIE= 3 3 1 1 0 0 7 of 19| 29| 8| 19 100
Fhayavsi= 9| 12| 20| 13 3 0 0 0 0 o 4 8 69
AAYITXS5IH = 0 0 4 4| 18 3 9 2 6 2 1 0 49
NITIVFIA= 0 0 0 1 4 4 1 9 9 o o 0 38
U4 N el 0 0 3 4| 13 3 1 0 0 0 of o 24
EEIE g et 3 0 0 0 1 1 0 2 2 1 1 3 14
BAIUHIIE= 0 0 0 0 0 0 0 1 3 o o 0 4
BhYITFIE= 0 0 0 0 0 0 0 0 0 0 1 0 1
[ s wEnsor-A
100% NEX Sk
§ § § § § § § n::h:;va‘:
80% § mg §—§ § § 8 LS FAFRI=
\ NI
&. § § § § O0AFNFFTH=
fi : \ \ \ BFPHaAVITS =
60% § \ \ o
§ \ § BANYIESSTH =
\ \ \ o YI7SLFIE=
9 § § % RS
40% §T§§ §
§Ii -%;)fﬁavﬁ:
20% = B4IUhY2H =
i & AhYIFIF=
IIIIIII
0%

Jan. Feb. Mar. Apr. May Jun. Jul. Aug. Sep. Oct. Nov. Dec.

2 R~y -—oiEplEEEEs

= 1295 Pt (36.74%), &7 F #F~ & = 509 Pt (14.44%),
T4 M F=F =100 0L (283%), TH Iy AT =69
JC(1.95%), Z#HHT*FTF5<5 =49k (1.39%), ¥~
77 vFXF =38PL(107%), Y~ < ¥ =24L
(068%), # A A& ~¥=14PL(039%), ¥4 T h >
X F=4PE(011%), ¥ AV ITF< 5= 1PE(0.02%) DI
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= 1173 VK, %15 = 725 ILONEIZZ £, By =TI (716
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FF<F 2D, BIZRRWAT 5 b ODITIT AR S
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H % B R IHIE S IUIFICEP SR TS L, ¥
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FZH RO TH o720 —FH, X P HFF =,
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T TE IS Rz,
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WINTHEY =T —Vlifk 1) 75 SFTS 7 4 )V X
DRURF DI S 7

4 EE
SRIOREDMER, <& S FTEE LT RCTTHME S
N7z F72, FARLZ- 14 7 HAOB, WINHhOEET
A~ =S, F52, MEOXENLh-726
EMTIZNZNOFRANIM % 8 L <A il s hiz.
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Epidemiological Analysis of Influenza in Okayama Prefecture during 2013 to
2014 Season

PARDRIE, TEEPHE T, BRHISERET, AT, BRI,
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Yasuhiro Matsuoka, Masako Hamano, Mihoko Isoda, Kayoko Fujiwara, Ritsushi Fujii,
Michiyo Tsutsui* and Akihiko Ashida™
(Virology Section)
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*Okayama Prefectural Infectious Disease Surveillance Center
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Survey of Norovirus genes in sewage in Okayama prefecture (2009-2015)
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Mihoko Isoda, Kayoko Fujiwara, Yasuhiro Matsuoka, Masako Hamano, Ritsushi Fujii

(Virology Section)
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[Key words: Infectious disease, Norovirus, Real-time RT-PCR, sewage]
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2009/1/27 10° 106 2011/1/12 104 106 2012/10/10 <103 10°
2009/2/10 106 108 2011/1/26 10° 10° 2012/10/22 104 10°
2009/2/25 10° 10° 2011/2/7 104 10° 2012/11/5 <103 10°
2009/3/10 106 106 2011/2/22 10° 10° 2012/11/19 <103 106
2009/3/24 106 108 2011/3/8 107 108 2012/12/11 <108 10°
2009/4/7 105 105 2011/3/23 106 106 2012/12/26 104 104
2009/4/21 104 104 2011/4/4 106 106 2013/1/7 10° 106
2009/5/19 105 109 2011/4/20 109 106 2013/1/22 104 10°
2009/6/2 <10? 104 2011/5/9 106 10° 2013/2/5 104 105
2009/6/16 <10° 104 2011/5/23 10° 10° 2013/3/5 104 104
2009/6/30 <103 <10 2011/6/6 10° 106 2013/3/29 106 106
2009/7/14 105 104 2011/6/22 105 105 2013/4/8 106 106
2009/7/28 <10° 104 2011/7/4 104 10° 2013/5/7 106 106
2009/8/11 <103 <108 2011/7/20 10° 10° 2013/6/4 10° 108
2009/8/25 <10? <10°? 2011/8/9 104 <103 2013/7/2 104 10°
2009/9/8 <10° 104 2011/8/23 104 104 2013/7/30 <103 106
2009/10/13 104 104 2011/9/6 <108 <103 2013/9/10 10° 108
2009/10/27 104 104 2011/9/21 <103 <103 2013/10/8 10° 106
2009/11/10 104 109 2011/10/11 <103 <103 2013/12/10 104 106
2009/11/24 104 109 2011/10/25 <103 <103 2014/1/7 10° 106
2009/12/8 104 104 2011/11/7 <103 <103 2014/2/18 105 107
2009/12/22 104 104 2011/11/21 <103 <103 2014/3/4 106 106
2010/1/19 109 106 2011/12/6 <103 <103 2014/4/15 106 106
2010/2/2 105 106 2011/12/19 <103 104 2014/5/14 108 106
2010/2/24 109 108 2012/1/11 <103 <103 2014/6/3 109 106
2010/3/9 106 106 2012/1/23 <108 <103 2014/7/1 10° 10°
2010/5/11 105 106 2012/2/7 <103 <103 2014/8/5 104 10°
2010/5/25 109 106 2012/2/20 <103 104 2014/9/2 109 104
2010/6/8 109 106 2012/3/7 <103 104 2014/10/8 10° 104
2010/6/22 104 109 2012/3/21 <103 <103 2014/11/11 10° 106
2010/7/6 104 10° 2012/4/10 <103 104 2014/12/9 10° 106
2010/7/21 <108 104 2012/4/23 104 104 2015/1/6 10° 108
2010/8/10 <103 104 2012/5/8 104 <103 2015/2/3 10° 106
2010/8/24 104 10° 2012/5/22 104 104 2015/3/10 10° 107
2010/9/7 104 108 2012/6/5 <108 104
2010/9/22 10° 109 2012/6/19 104 104
2010/10/5 104 109 2012/7/10 104 104
2010/10/20 <108 108 2012/7/23 <108 104
2010/11/10 104 108 2012/8/6 104 10°
2010/11/22 10° 106 2012/8/20 10° <103
2010/12/7 10° 108 2012/9/10 <108 <103
2010/12/21 10° 106 2012/9/25 104 <103
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K1 BEMBBRABERSHETKO/OVMLIIE-H

B/END,

MG RBE»SMBESNABENIL VG TR, G 1
ICHARTERESABHRAN 100 FFREL PRI NS 2 &
BHESATWE Y, L2 LSHoREHKETIE, G
OBIHEED G TITHRTI0%RES <, 20 2 5
EEREL 7D 00, TNITERELERLILL
BASAFEERENRE L2H L, BAZIT TR
ERRPAPERPE D O e SN A VAP EENR
TWVLFREMENGE LZYATIE, GIEGTID
BHEERIRLZS 2 Ebh o7,

YL 05 S B O WS BTN 2 BRI, WA
Ko 2 v £V 2R e & R Lz —75 T,
WEBAWA LR TH - T, WATIICIEHT 5 5
DITANVAHFHIEEN TS, Thik, /a7 4V R
X5 B REEL, ERIETE 572540 3B 1 7
AU EChoT/uao A VAP T2 Y 2 L p—H
LoD H B, 2 T A4V A & B H LK
POFIEPTTHATTZ2HAEWHS 2SR TV AN
B, SE ORI S, WATHUNORIIIZH, /1
7AWV A D LT AFEAERHRA TR I
TWARWVWE PP EEHFELTVWE I EDRBENT, &
M, /By A VA% 10 55 100 FAZE ARSI D A
NBZETEETHEESNTEY ”, FAPIZIZ—H%
WMLTI0' 2= E/LmL 210 28—l k) @/
O A VABETHRRALTVEIEDD, B FDSAA
R S % B T RAE AT 'O 7 AV A
FEHR SN TV B WEEMAH 5. 7 B 7 4V ZADIEYT B

140 RMLBRERELE> 2 —F®

IZH7zoT

X, COZLEGHEICES, WATHDA O

WTHo T FRVRLHAFEDONEILETH S,

1)

2)

3)

4)

5)

6)

7)

X ®

JE A7)« R LR JE 2R B 1R A A 5 S 9L It B,
2014
Pk HE At B ONEREF, NBILBL LI

< > P 25 A1 B RS E AT T 0 AR g S
R A BB AII M b (2013 4 4 ~ 12 A) (28
ENFTrFaT A IVAICDNT, JHEBAE DR
15k, Vol35, 275-276, 2014
TAREIZBF S 74 VAKKICHT 2WAERHES
TAEIZBIT D7 A VA RICET 2 HERRAH
&, 8, 2010
Haramoto, E., Katayama, H., Oguma, K., Ohgaki, S.
Application of cation-coated Filter Method to
Detecion of Noroviruses, Enteroviruses,
Adenoviruses, and Torque Teno Viruses in the
Tamagawa River in Japan, Appl.Environ.
Microbiol, 71, 2403-2411, 2005

FrilE s« 3770 4 OV Ak 5 O BI%s & KK
BLXOKEKBERE~NOMEM, ¥V AT 17,

52, 185-190, 2006

LA 57 B fE R SR A R A - RS S AT
FEMEEGE, 5-7, 2014
A - fran iR R S A T R & P
/Uﬁfwxﬁ¢ﬂﬂﬁmowf®ﬁ§,$mw

i

TR



8)

9)

£10 12 H, B, 2007

Chan M. C. W, J. J. Y. Sung, R. K. Y.Lam, P. K. S.
Chan, N. L. S. Lee, R. W. M. Lai, W. K. Leung:
Fecal viral load and norovirus-associated
gastroenteritis, Emerging Infectious Disease
journal, Vol. 12, 1278-1280, 2006

MRz, ZhFBel, PWERNE T, 5 AR @ &g
D ay AV AP B X OPE 2 ¥ %, R
AR R, Vol.28, 286-288, 2007

mEILRRERE L > 2 —F]

141






RIERIEREE > 2 —F#H 39, 143—152, 2015

EERER

GC/MS/MS % J\ 72 BF M O SRR PR R FE D —FF AT ik
VR (25 2 #t)

Validation Study on a Method for Simultaneous Determination of Pesticide Residues in Vegetables
and Fruits by GC/MS/MS (2)

HEW AT, RHZEY, RARIERE, JbASHESE, 35 REAT (B AL
Junko Namba, Yukio Asada, Masaaki Akaki, Masami Kitamura, Toshiyuki Yoshioka
(Food and Drug Chemical Research Section)

2 F
R T, GC/MS/MS 2 I\ 72 87 308N OSRFERU IR R38O — A AT E O Z UMERHili %2, JEES7 4 O 7 41k
FHII A R F A4 Yo TIT o T Bo P26 SRR, IRINZAT ) RIHE L CTHINEORFEMTH S, b RUHR
E9 O 2 M ERY, W E Ao E O THE 2175 720 RGN 01ppm KT 0.01ppm O 2 1E L
L. WnEkez 1 4532 67, 5 HM OB PR TIT o720 ZORE, A NI 4 >0 HEEZ MR Tz L7z
DiF, 20 FHEKORLEH 217 HEHTH - 720

(== & BB, —FITE, RUMEF, F22 0% b 7575 Y7 ARG

[Key Words : pesticide residues, simultaneous determination, validation study, GC/MS/MS]

1 FUBHIC
i O IR EOHMEIEIEITR Y 74 7)) X M

fili % G203 2 LBEAA LIz D728, MINETH K
W BEF R ORERHE LT, vl x, FyXy,

FEASERE 18 45 5 H 29 HA S A Sh, HAETIX 800 %
B2 5 RBORALENRESIN TS, T, FRHE
EPRESN TR VWEEELZECAERICOVWTIE
FEHE (0.01lppm) 2SEH SN, ZThz@Bi-a% & am
OMIEENZELE SN TV D, TIPS RS
KIFIZHML, —FaHrikz v 7m0 w2 B
PEYI T OB BIEGHTDRD BN L DIk o 7z ML
T, MWHREETH S GC/MS 12 & 5 EESED—FR
Brik (Papedy) VR S 7 BRI T R B S L 7 —
FONEIC LD, BEY b ORH BERE S GC/MS/
MS KUY LC/MS/MS # W TERi L TWw b,

F72, P19 11 A 15 HF W Rl &
i HZFRRE 3 % R A I C B3 % BRI O = M VR ETAT 7 A
FI4 LW T]Y (BUF[HA K54 2 1Ewn) o) avE
W 224E 12 A 24 HICKIE Sz 2 Lok, sk
BV 0 SR BEERE S EET A A BT
HEROLRMESEIC BB O L, AR & 7 SR

EIRAL, DATROAL > Vo5 R EHGERY
PRI & ATV LT 2 Yo SRR o R Y T
b, HRCRE) O 2HHE T, ZLMEHIZ
1o 72O THET 50

2 Bk

AEE LT, MILEORENTH L, dHRVRE
I D 2K IV 720 S HT SR I O RRBRA I i
HZ DO T FEIZERY D LB YT 72,

3 HBRRUZEE
3.1 EERF

HEARE 5D T 241 FFIO R % 2007 V—TF
(ZV—7"1 KU 2)1247F T multiple reaction monitoring
(LLFTMRM &9 o) g 247 - 720 0.01ppm DOEEHE
DY =7 BRI S/N =2 10 ZFICIEmAz S 2w, b
B WVIIHEROME Y IR ClE 2 wRERE, 715
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ITYER, ARFERINRVZAAFNVIATIV, 4 IRV
AFT =WV, F2 T3y, Yruagy
FINVHEIFR, T4ANVEY Y, TEIFTRY, NIV
=), THL FUIY XY AEY, ANFHHrouxXr¥
Y, ANFHIFV - 1R2FHETH - 72,
3.2 ERMH

77 v 7@k BRI CTEL, EEENET
LY =7 OHEWEMR L WEY -2 2807546 T,
A NI YOFFHMELZBR TWz0ld, ok
L—=FMROPET VYRR, REHSFOELFTLRY V3,
7anN7zFEN, T FERPET I RATH o7,
1Licex7 L2 ¥ 3EE#ES (0.02ppm), REH T T
VIRBOI U< NI ARRT REH T T ok
T, €47 VA v 3 ORFERR (16.1min) & 1ZIZH
UPRFFIFRICHIEE — 7 b D, TOY—7 OB THE
R SN o 72,
33 HERUVHEE

SE T PR OSBRI T HEEE 2 i 72§ H 12D W T,
BN ORGP DRl 247 o 720 BE ORI R Z R 1TITRT,
HEEO HEE (70 ~ 120%) ZiG7e 3R, b, K&
I HAZIRINIE EEAS 0.1ppm T 221 ffi%EH, 0.0lppm T 220

Z#E & (0.02ppm)

AESTIU78EM

FHCTH o 7o MEINHEEE T HARME 2 529 23k, b
b 220 fEM, SE&9H 219HETH o7, HEED S/
B RITIE, 70% KiFORENIFILALETHD, 120%
RBZ LB RBEEREIFOY A M- MNEFT
Holze TOZ NS, FERPTITEDT M) v 7 A
MREERYZT TRV EHEN SN, K21+
YIUTS VIR LTIV RO RESY TT Y
JEBON—=F VA F 7 u~ b T A (LIFITIC] &
VIo) BT KEDSATHTH ) BEEN 120% % i#8 2
BEIEN G ol LY VT Ty Y L LT,
BLTI VIR LR E Y TSI v 7 EE TR, TICO
¥— 7 RIEDT25 ~ 50 50D 1 FETH o 720 MRMNHEE
THEA 50 ~ 150% % {723 231k, WIho EZEY
T 223 ML & 93% ##8 2, MEME FARICA 7 ) —
=7 LTORERMDIRENT

FEREDAE R % 22 21278 $0 0.1ppm 7RI L BEAT HG 2
OHBEMEZ M 2 2 WEHEL DI TIE1IEHETHD
HAE) TRRETHEMAZ?ZZ L Twze 0.01ppm A
WHHTRE O BEEME 2672 S 2 v sk, Tk 3 M
B, REH)TR2HHETHY, AT IIMEAQ BT H4
BTG SN Tz NSO HEE % G 72 3 70w 231,

EA7LXJ3

N

1 BEL(0.0200m) RV R E S TZ7 7O IO~ b T T L (MRM)
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x1 HEERFR

£ AED
BE ()
0.1ppm 0.01ppm 0.1ppm 0.01ppm

<50 1 1 1 1
50-70 5 6 3 3
70-120 221 220 221 220
120-150 0 0 0 1
150< 0 0 0 0

RIEEO0. 1ppm & UR0.01ppmIZ B IT5 EHIZEE EEE:70-120%

FLLUTSU

NJ|
\'

e

REFTFHHH

K2 #L>v,dd,XESDFTI 78O O ~JZ L (TIC)

x2 HBEOCBEEZHELLLEEY

EE 33 AES
FHITHEE 224 223
EANRE 216 219

ARIEE01ppmBZ(E  HHTHE :RSD%< 15, ENFEE :RSD%< 20
ARIEE001Ippm BZ(E HH1THE :RSD%< 25, ENF5E :RSD%< 30
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Olppm wRIMEEICIZ S & TTHE, XS &9H T1HHE
00lppm WANKFICIZH HCTILAME, K& T6MET
HY, FENREIHATHEEID D BEMZ MW S v R
AL L, 0.01ppm IR S PS> H LAl % 5 72 L
TWRWIEEDRE oz, MELZNIZSHRVEREDT
-BHC, ¥F V% ) =2 TEYA—h, HIVEFT YV,
ravzeF¥l, Y7x/aFV—)1, Th7ak
A, TFNVFEFALY, 72FIKRA, 7NV FY, F
XbI—hN, FFTTINVFO Ty, NTFF, INT
FFYAFN, FU BV, FrFECDO 16 HETH -
720 TNHDORBIMORBICHNTERIEELGL Z
LK, EREMEICHEYRD 5 BETH - 72,
34 ZLUMFFM@ERER

M PEFHI I BV CEEG & HE SN WRINRECTE
FE M OHEEED B 2 A Clii 723 3% A, 001ppm ¥
TIE > A H BRIl %30 72§ 234813 B, 0.1ppm iR NI @ A
EUREAE 2 35 72 3 R C, T ok BE VAR AR 3 02 H AR 2 i
723V REIE D, ERBRAUERMED AL O
R EICHE L7z, KREDNOEFHIREZEII
RENOFEMAE R ALK AR T, BEMA L THZT
A OREIHEIE, D 2108, K& 22THETH -7,
ZMVEEHC B THRE 2179 fmid, F9RENR
a2 IR L CEMli L, MHREREISIT) L3 hTw
27 BRI R B EHE LT 3w L, v
Ny, FONAFEEEL, RENGRFEHELLTYA
ALYV REE L TRUANEFHE T o TV b, £ L
T, 2O IMHOBEETHEMEZ 2Tz REL 42T
DYEOMAIE & UCREL, 2 MEHORIETHEHE
T RELETOREORETHH & LTHEEL

TWb, dHliFE AR SN LRI T, ME2OR)
BICRREEAATZ 5 X 912, BENREMRD 7 V— Tk
CZ SIS LREHH ORELZ T > T b 2 AR
HERTWEY, HIIRIZBWTY, 4%E b EHDM
FaAT, BEERRETHOBEXT> T &z,
35 EEHEE

REE W CTERNTHRK S T893 24 F3E 103
Mok, R92 12 B 32 ek, &Rt 36 HiJH 135 Mkl
WTERBRAEZITV, GC/MS/MS JllE TO IO
FERE K5 ITRT o 20 Btk & EIEAT 9 FFHAE N 22 /2
RSN, MKOKRBERIZ15% THo 7 RS Hh
7RI TR IEEMEUT Th > 720 BHHI3 5 HHF 6
Bk HHER 6 BRI N TB Y, REAOBTHRIZ
5% Td o7z —J7, F913 5 MM 14 Mtk SN 16
REMBSNTBY, BAEOKEEIZ44% TH Y, I
L FMICIFE L Y S EEE RIS N, N TR
OY AT L7 3R EThrom s Nz, NFF
AOMB L7 EBEIILETIZULE ) KA THo70 HE
INIRAE L 72 10 KD 5 BEF» S T 7 3 F T — IV as,
FLYIVRRAEL ARED D) BRI ST 2 v T an
M) AR E N, SRS OEIIIETIEERZ DL
REPSHRIBENTEY Y, FEEROMHAHEN SN 5,
BEBARO S B, HAMEIEE 1 1 Mk, R4
BB, AR5 HE 10 MK TH -7z ZTOHTRE
2 FHL 5 MR SIEAR S BRI N TB Y, Wik
HERIZ 50% TdH - 720 WEAE L FHBRIC, B A SO RFE
OEHE IS BRI SN, S D ERRAZIT-
TWEW,

Eht

i

=3 ZYUMFHEFERE D

gn—7 e 953 SED
0.01ppm 0.1ppm
A O @) 210 217
B @) X 3 1
C X @) 8 4
D X X 6 3
E EEMRF x , FRMKE x 14 16
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R4 BRHMEFMEERFFME
EE AES
BEL 0.1ppm | 0.01ppm 0.1ppm 0.01ppm
54| miE [ mE e s am| @i remelEnme] mws remslEom
1 |(E)-Clofenvinfos A | 88 5 1 101 14 15 Al 99 7 10 90 6 15
2 [(E)-Pyrifenox A | 86 4 8 85 14 19 Al 76 10 19 80 20 28
3 |(E)-Pyriminobac—methyl A 91 3 7 91 12 16 A 95 5 5 103 8 10
4 ((Z)-Clofenvinfos A | 88 5 8 94 7 15 Al 98 4 4 107 7 7
5 |(Z)-Dimethylvinphos Al 92 2 8 98 10 14 Al 9 5 5 102 1 15
6 |(2)-Pyrifenox A 87 4 10 80 14 14 A 78 10 17 95 4 20
7 [(Z2)-Pyriminobac—methyl Al 88 2 6 84 1 12 Al 97 6 7 102 4 10
8 |1,1-Dichloro—2,2-bis(4-ethylphenyl)ethan| A | 86 5 8 87 9 20 Al 9% 4 4 97 4 9
9 [1-Naphthylacetamide A 86 3 15 98 5 18 A | 105 5 6 111 10 10
10 | Acetamipride E - - - - - - E - - - - - -
11 | Acetochlor Al 9% 4 8 105 1" 18 Al 89 6 10 106 1 12
12 | Acrinathrin A 90 3 9 78 9 9 A 94 8 8 101 6 17
13 | Alachlor A| 88 3 9 89 7 17 Al 97 3 4 103 1 14
14 | Aldrin C| 84 5 13 69 18 18 A| 83 7 10 87 12 16
15 [alpha-BHC Cc| 82 3 13 64 1 15 A| 82 5 9 85 14 18
16 |alpha—Endosulfan A| 85 11 11 73 16 30 Cc| o 8 12 84 45 45
17 | Ametryn Al 93 5 8 103 8 14 Al 93 6 6 106 7 10
18 | Anilofos A 92 3 8 92 11 15 A 99 7 8 104 4 11
19 | Atrazine A| 88 6 9 96 16 26 Al 93 7 8 119 14 18
20 [Azaconazole Al 89 4 9 94 13 19 Al 97 1 1 109 12 17
21 | Azinophos—methyl A 94 5 15 99 11 15 A | 100 5 5 107 7 13
22 | Benalaxyl Al 92 3 9 81 1 1 A| 96 7 9 104 5 9
23 | Benfluralin Al 92 4 14 " 7 29 A| 86 5 9 90 8 23
24 | Benfuresate A 93 2 8 100 22 28 A 98 5 7 98 14 22
25| Benoxacor Al 93 4 8 91 5 16 Al 89 7 7 109 5 8
26 |beta-BHC Al 93 2 9 94 16 16 Al 9 5 6 110 6 7
27 |beta—Endosulfan Al 85 8 13 96 15 25 Al 90 5 12 90 10 21
28 |Bifenox Al 90 3 12 88 13 17 Al 96 6 7 100 19 19
29 |Bifenthrin A | 88 5 13 90 10 17 Al 98 3 5 102 5 12
Bioallethrin1 83 6 12 90 9 18
30 [Bicallethrin2 NEER 2 X T T R I IR I I R
Bioallethrin3 88 5 8 118 8 23
Bioallethrin4 85 5 7 88 13 16
31 Bitertanol1 A 89 8 20 94 12 24 A 103 6 12 101 4 12
Bitertanol2 92 9 18 97 20 22 86 7 12 84 9 43
32 |Bromacil Al 92 4 9 101 13 18 Al 93 7 7 108 16 16
33 [Bromobutide A 97 6 10 87 24 25 A 90 8 10 115 6 12
34 |Bromophos A| 96 6 10 87 13 18 Al 9 5 6 97 19 21
35 |Bromophos—ethyl A| 88 4 9 90 9 18 Al 9 3 3 94 10 10
36 |Bromopropylate A 85 6 9 79 8 16 A 98 3 4 100 6 9
37 |Bupirimate Cc| 90 1 13 73 39 39 Cc| 82 7 14 79 22 31
38 [Buprofezin A| 85 8 9 93 10 21 Al 97 9 14 110 24 24
39 |Butachlor A 90 4 8 87 7 9 A 92 4 6 97 4 6
40 | Butamifos Al 90 2 10 86 9 11 Al 92 6 6 99 4 9
41 | Cadusafos A| 88 3 7 92 12 13 A| 87 3 6 95 6 12
42 | Cafenstrole A [ 101 5 15 95 21 23 A 99 7 11 111 5 7
43 [ Carbofuran Al 92 3 14 107 1 21 Al 98 6 6 105 7 1
44 | Carboxin D| 46 18 55 49 31 34 D| 37 7 20 50 1 38
45 | Carfentrazone—ethyl A 89 9 11 90 15 20 A 99 5 10 106 13 15
46 | Chlorbenside A| 85 3 10 93 7 17 Al 90 4 4 102 4 13
47 | Chlorethoxyfos D| 63 6 12 52 14 21 D| 68 1 15 58 1" 27
48 | Chlorfenapyr C 82 15 15 97 13 54 E - - - - - -
49 [ Chlorobenzilate Al 87 5 10 88 7 19 A| 96 4 5 100 7 10
50 |Chlorofenson A | 88 5 9 97 12 19 Al 95 4 5 106 9 17
51 [Chlorpropham A 95 6 12 89 14 16 A 92 4 5 104 8 8
52 |Chlorpyrifos A | 86 4 7 85 7 21 Al 95 3 4 105 7 12
53 | Chlorpyrifos—methyl A| 87 3 9 89 12 22 Al 9% 2 4 96 7 19
54 |Chlorthal-dimethyl A 91 4 9 88 17 22 A 97 6 6 105 12 16
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55 [Cinidon—ethyl Al 91 5 16 88 7 28 Al 92 4 4 108 7 10
56 [Clomazone A 90 8 12 98 10 23 Al 89 5 8 96 13 16
57 [Cyanazine Al 93 6 9 94 11 20 Al 9% 6 7 96 11 15
58 |Cyanophos Al 92 3 11 96 7 21 Al 92 3 3 105 2 6

Cyfluthrini 85 7 9 87 17 21 105 4 6 101 8 13
50 Cyfluthrin2 A 87 5 10 94 12 20 A 99 5 7 100 1 21

Cyfluthrin3 85 9 10 93 11 22 101 5 6 99 24 24

Cyfluthrin4 96 8 14 89 16 16 99 4 5 91 12 23
60 |Cyhalofop—butyl Al 93 2 8 95 12 13 Al 98 4 5 104 4 8
61 Cyhalothrin1 A 86 5 11 85 7 22 A 100 2 7 96 5 8

Cyhalothrin2 87 6 12 88 6 19 102 3 6 100 7 12

Cypermethrin1 93 6 8 90 10 14 99 3 5 87 18 27
62 Cypermethrin2 A 85 5 12 91 11 20 A 103 8 8 94 16 20

Cypermethrin3 87 8 10 86 8 16 98 3 8 92 12 18

Cypermethrin4 88 5 9 86 9 18 98 4 7 96 14 15
63 Cyproconazolel A 83 10 17 93 11 16 A 99 8 11 92 11 11

Cyproconazole2 82 6 11 83 14 19 100 3 3 110 8 9
64 | delta-BHC Al 90 5 10 98 13 30 Al 94 4 6 106 10 10
65 | Deltamethrin A| 86 5 14 85 10 17 A| 103 3 4 104 6 15
66 |Diazinon Al 81 5 5 76 14 19 A| 100 5 7 93 9 19
67 Dichlocymet1 A 89 3 6 92 8 11 A 94 5 6 104 12 12

Dichlocymet2 91 4 6 89 9 9 96 5 6 100 8 13
68 | Dichlofenthion Al 89 3 10 82 13 15 Al 90 4 5 97 10
69 | Dichloran E - - - - - - E - - - - - -
70 [Diclofop—methyl Al 90 3 7 90 11 14 Al 97 4 4 107 7 10
71 | Dicofol (Kelthane) (deg.) D[ 57 3 12 60 17 22 B | 54 12 13 87 14 24
72 | Dicrotophos A 88 3 20 107 16 27 Al 96 6 7 111 14 16
73 [ Dieldrin E - - - - - - E - - - - - -
74 |Diethofencarb Al 9 2 5 102 9 19 Al 90 7 7 92 1 12
75 Difenoconazole1 A 94 6 21 96 12 23 A 105 6 12 109 13 15

Difenoconazole2 85 9 10 86 7 20 101 4 17 104 6 10
76 |Diflufenican Al 87 6 9 85 7 24 Al 99 3 5 101 10 15
77 |Dimepiperate A 90 3 8 87 14 18 Al 95 4 4 108 9 15
78 |Dimethametryn Al 92 2 8 97 14 17 Al 9 4 5 103 7 9
79 |Dimethenamid Al 9 4 9 86 12 23 Al 92 5 5 93 14 14
80 [Dimethoate Al 95 6 16 117 14 27 Cc | 110 5 6 136 15 17
81 |Diphenamid Al 91 7 8 95 20 21 Al 98 4 5 106 20 20
82 |Edifenphos Al 93 3 1 95 9 14 Al 94 5 5 107 5 9
83 |Endrin Al 89 6 9 72 17 28 Al 93 6 6 94 24 28
84 |EPN Al 90 5 10 86 9 10 Al 90 4 8 101 7 8
85 [Epoxiconazole A 82 8 13 86 8 27 A 99 4 7 96 8 8
86 |Esprocarb A 90 3 9 86 13 13 A 91 4 4 100 5 12
87 | Ethalfluralin Al 90 3 16 80 18 25 A| 84 4 6 92 16 16
88 | Ethion A| 84 5 6 85 13 23 Al 99 6 6 96 10 11
89 | Ethofenprox Al 92 3 9 83 13 13 A [ 100 7 8 106 4 14
90 | Ethofumesate A| 82 4 8 95 10 15 Al 97 4 4 106 11 11
91 | Ethoprophos c| 87 6 10 103 13 33 A| 87 8 8 74 24 25
92 | Ethylthiomethone D| 62 15 38 65 21 42 D| 63 14 15 46 25 48
93 [Etoxazole Al 91 3 12 81 11 15 A| 98 10 10 80 16 28
94 [ Fenamidone A| 84 4 11 87 10 18 Al 99 5 5 95 13 17
95 [ Fenamiphos C| 80 5 16 83 5 31 Al 85 5 5 102 11 19
96 [ Fenarimol A| 84 7 10 83 12 18 Al 99 4 7 100 5 10
97 [Fenbuconazole A| 85 11 16 88 12 19 Al 98 3 11 110 6 8
98 [Fenchlorphos Al 85 3 6 89 12 17 Al 92 2 4 96 5 9
99 [Fenitrothion A 90 7 20 98 11 29 Al 99 5 6 107 1 17
100|Fenothiocarb Al 93 3 7 96 10 17 Al 99 2 7 108 4 9
101|Fenoxanil A| 89 3 9 88 14 18 Al 9 7 10 101 8 13
102|Fenpropathrin Al 85 12 12 88 14 28 Al 99 11 15 107 22 29
103|Fenpropimorf Al 87 4 7 88 16 20 Al 96 4 5 109 7 11
104|Fensulfothion Al 96 5 8 100 13 19 Al 98 8 8 110 10 10
105|Fenthion A 80 1 10 89 9 25 Al 86 3 5 96 7 17
106 Fenvalerate1 A 88 4 12 87 13 21 A 104 5 9 95 7 25

Fenvalerate2 85 7 10 87 9 16 103 4 5 108 5 6
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107|Fipronil A| 85 4 12 88 10 20 A | 100 5 7 97 13 14
108|Flamprop methyl A 89 6 8 90 19 20 A 96 8 8 93 22 22
109|Fluacrypyrim Al 92 3 8 92 8 15 Al 9 5 8 100 12 19
110 Flucythrinate1 A 86 6 13 89 10 20 A 101 5 7 102 5 11

Flucythrinate2 84 6 12 87 9 23 106 6 7 104 4 11
111|Flufenpyr—ethyl A | 86 5 1 92 10 18 Al 98 6 7 103 10 18
112|Flumiclorac—pentyl Al 97 3 1 88 12 15 Al 97 5 8 106 6 10
113|Flumioxazin Al 96 4 17 90 12 21 A | 100 7 7 99 13 21
114|Fluquinconazole Al 85 6 12 83 15 19 A [ 101 1 5 96 5 6
115|Fluridon Cc| 92 6 15 74 11 35 A | 105 4 7 101 13 13
116|Fluthiacet—-methyl Al 96 3 7 101 9 1 Al 95 9 9 94 15 18
117|Flutolanil A| 86 5 7 96 8 20 Al 98 3 5 106 5 1
118 Flutriafol Al 83 6 14 89 11 20 Al 9 7 8 96 16 16
119 Fluvalinate1 A 89 8 18 90 12 21 A 102 7 8 89 15 24

Fluvalinate2 85 8 14 88 13 20 100 7 10 98 4 14
120| Formothion Al 77 5 13 89 14 21 Al 70 5 18 89 6 13
121|Fosmet Al 89 5 10 97 8 14 A | 101 4 5 101 6 9
192 Fosthiazate1 A 95 8 10 95 10 15 A 93 7 7 101 15 28

Fosthiazate2 95 7 11 94 13 19 96 6 8 112 13 15
123| Fthalide Al 93 4 10 96 17 20 Al 93 7 11 106 13 13
124 gamma-BHC A| 87 4 7 78 18 29 A| 88 10 13 78 19 19
125[Halfenprox Al 9 3 11 92 12 16 Al 98 8 8 105 4 14
126/ Heptachlor Al 82 4 9 74 5 14 Al 82 5 7 87 13 16
127| Heptachlor Epoxide (isomer A) A 88 6 77 9 19 A 92 5 6 87 10 20
128| Heptachlor Epoxide (isomer B) A 90 5 12 76 17 17 A 98 4 5 83 18 18
129| Hexachlorobenzene E - - - - - - E - - - - - -
130| Hexaconazole E - - - - - - E - - - - - -
131|Hexazinone A| 84 6 8 85 10 20 A | 103 2 8 102 3 11

Imazamethabenz methyl1

132

m

|

|

|

|

|

|
m

|

|

|

|

|

|

Imazamethabenz methyl2

133|Imibenconazole Al 99 2 17 100 12 15 A 96 7 16 111 5 18
134|Imibenconazole desbenzyl type E - - - - - - E - - - - - -
135|Iprobenfos Al 9 3 10 91 1 16 A 9 6 6 102 5 5
136(Isazophos Al 87 8 11 90 22 24 Al 91 9 11 97 21 21
137|Isofenphos Al 84 4 8 85 8 17 Al 98 3 4 98 5 8
138|Isofenphos oxon A 87 4 9 90 11 17 A 99 4 7 105 7 8
139|Isoprocarb A | 86 5 8 82 17 17 A 87 3 7 91 1 12
140|Isoprothiolane A | 86 5 8 94 8 16 Al 99 6 6 91 15 15
141|Isoxathion Al 9% 2 15 99 9 20 A 98 2 4 107 7 15
142[Kresoxim—methyl A 83 5 6 89 9 16 A 95 3 3 95 8 12
143|Lenacil Al 91 2 9 93 7 13 Al 9% 7 9 105 6 16
144[Malathion Al 85 5 10 96 12 20 Al 96 2 4 100 7 7
145|Mecarbam A 87 4 8 83 9 26 Al 96 5 7 104 5 8
146(Mefenacet Al 94 3 9 86 13 14 Al 97 5 5 111 3 8
147|Mefenpyr diethyl Al 90 3 9 80 16 16 Al 9% 8 10 103 11 11
148(Mepronil Al 96 3 10 97 10 17 Al 96 3 4 104 7 9
149( Metalaxyl Al 92 5 10 102 10 16 Al 92 4 6 96 13 23
150| Methidathion A 87 4 8 98 7 15 Al 98 4 4 108 7 9
151 Methoxychlor Al 90 4 14 87 10 18 A | 101 4 6 102 6 9
152 Methoprene A| 87 4 8 90 12 16 Al 96 3 3 104 9 9
153[ Metolachlor Al 90 4 9 89 9 26 Al 99 3 5 100 7 8
154 Mevinphos Al 90 5 13 93 6 16 Al 87 7 8 94 12 16
155 Monocrotophos Al 92 3 15 104 1 19 A| 88 7 7 111 15 17
156|Myclobutanil A 81 6 12 81 10 21 A 98 3 8 100 7 9
157|Napropamide Al 91 3 8 94 13 16 A 96 4 6 105 10 13
158|Nitrothal-isopropyl A 90 3 9 86 6 15 Al 89 4 6 92 9 9
159|Norflurazon A| 88 6 12 113 10 29 Al 97 2 5 93 6 14
160|0,p'-DDT Al 90 2 7 78 11 11 Al 92 5 6 99 4 12
161|Omethoate B | 69 5 28 92 9 25 Al 73 6 17 100 7 14
162|Oxadiazon A | 86 6 8 82 10 15 A | 100 5 6 104 7 11
163| Oxadixyl Al 90 4 8 86 8 11 Al 97 5 5 105 15 15
164|Oxychlordane Al 87 6 14 81 18 20 Al 94 6 9 99 25 25
165| Oxyfluorfen D | 101 10 36 97 13 34 Al 96 8 16 93 25 27
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166|p,p'-DDD A 87 3 7 88 10 15 Al 9% 3 4 103 6 7
167|p,p'-DDE Al 89 4 8 85 9 21 Al 96 4 5 94 8 15
168|p,p'-DDT Al 89 2 10 91 9 20 A 96 5 5 101 2 8
169|Paclobutrazol A 90 2 8 86 12 12 Al 9% 7 10 107 6 11
170|Parathion B | 98 10 40 93 13 28 A 98 8 12 107 10 11
171|Parathion-methyl B 95 6 25 90 13 25 A | 102 6 7 111 4 7
172|Penconazole Al 92 9 13 103 14 18 Al 99 5 9 99 8 11
173|Pendimethalin Al 9 4 18 80 16 30 A | 102 9 9 98 15 15
174 Permethrint A 88 4 6 91 11 17 A 102 5 6 105 7 8
Permethrin2 86 7 7 88 11 12 98 2 4 103 8 1
175 Phenothrini A 91 4 10 90 21 21 A 94 8 8 98 20 20
Phenothrin2 90 3 10 80 18 18 95 4 6 103 5 17
176|Phenthoate A 90 3 9 84 8 11 Al 9 4 4 98 5 8
177|Phorate E - - - - - - A 76 6 6 78 7 9
178|Phosalone Al 91 3 9 92 14 15 A 96 5 6 107 4 9
179 Phosphamidon1 A 98 9 10 104 20 23 A 87 6 7 89 19 21
Phosphamidon2 95 6 14 107 13 20 93 9 10 100 13 13
180|Picolinafen Al 87 6 9 95 15 22 A [ 101 2 3 98 10 12
181|Piperophos Al 90 3 10 90 11 15 Al 9 6 6 103 5 10
182|Pretilachlor Al 89 3 6 87 11 15 Al 96 7 11 102 12 17
183|Procymidon Al 86 3 7 89 10 20 Al 92 2 2 109 3 10
184| Profenofos Al 83 5 6 88 20 23 Al 98 5 8 101 15 15
185 Prohydrojasmon1 E _ _ _ _ _ _ £ _ _ _ _ _ _
Prohydrojasmon2
186| Prometryn Al 93 4 9 97 7 16 Al 9% 4 4 98 4 15
187| Propachlor A| 88 2 8 80 17 17 Al 86 4 9 90 16 18
188| Propanil Al 93 5 10 103 9 20 A [ 100 4 7 110 7 8
189| Propaphos Al 81 4 15 85 11 25 Al 90 3 5 85 8 15
190 Propargite1 A 91 8 8 89 6 21 A 99 8 13 99 16 21
Propargite2 91 7 15 92 11 23 103 8 10 103 19 19
191|Propazine Al 91 4 10 93 9 14 Al 9% 4 4 113 5 6
192 Propiconazole1 A 79 10 19 84 14 17 A 97 7 1 93 10 22
Propiconazole2 83 7 16 82 9 18 98 7 7 89 10 29
193|Propoxur Al 89 4 11 98 6 15 Al 97 4 4 101 7 11
194|Propyzamide A| 87 5 7 98 10 14 A 96 4 5 112 4 5
195|Prothiofos Al 9 1 9 87 8 10 Al 9% 6 7 99 11 11
196|Pyraclofos Al 93 6 17 101 7 19 A | 108 3 6 104 3 10
197|Pyraflufenethyl Al 9 6 13 89 12 18 Al 97 4 7 112 17 20
198|Pyrazophos E - - - - - - E - - - - - -
199 Pyributicarb Al 89 2 9 85 11 11 Al 9% 6 6 103 2 9
200|Pyridaben A| 84 4 5 88 14 17 Al 99 4 5 100 6 12
201|Pyridaphenthion A 93 3 10 97 9 15 Al 9% 6 6 109 3 11
202| Pyrimethanil Al 95 5 9 100 6 14 A 96 4 7 113 3 8
203| Pyrimiphos—methyl Al 89 5 10 86 14 21 Al 9 3 3 98 10 14
204| Pyriproxyfen Al 85 4 8 86 9 18 Al 98 2 4 104 5 11
205| Pyroquilon Al 89 4 100 10 16 Al 91 2 3 107 5 9
206| Quinoclamine E - - - - - - E - - - - - -
207| Quinolphos A 90 2 8 89 10 16 Al 9 3 5 104 7 7
208| Quinoxyfen Al 85 6 8 88 10 19 Al 9 4 5 103 7 9
209| Quintozene C| 76 11 15 76 10 39 C| 89 8 15 58 33 33
210[ Simazine Al 88 5 7 106 9 20 Al 97 8 8 107 9 10
211| Simetryn Al 98 3 12 101 12 16 Al 89 5 6 100 15 15
212| Spirodclofen Al 87 8 11 79 11 19 Al 96 9 13 91 8 19
213 Spiroxamine1 A 89 4 8 92 9 18 A 98 4 4 108 5 7
Spiroxamine2 VAl 7 17 90 16 20 93 5 6 110 6 9
214|Tebufenpyrad Al 89 4 9 84 16 16 Al 96 5 5 106 7 1
215|Tecnazene D 66 7 12 59 33 33 E - - - - - -
216|Tefluthrine A | 87 4 7 77 18 29 Al 99 3 4 97 5 8
217|Terbacil Al 9% 4 8 103 10 18 Al 93 4 5 106 12 12
218|Terbuconazole A| 87 8 11 86 7 24 A | 102 5 7 112 7 9
219|Terbufos A 81 3 10 78 11 19 A| 86 4 5 80 12 18
220|Terbutryn Al 89 [§ 10 92 7 17 Al 98 5 5 99 15 19
221|Tetrachlorvinphos A| 88 5 11 93 9 19 Al 96 4 5 96 10 14
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222|Tetraconazole A 87 6 8 103 10 19 A 95 9 9 111 10 10
223|Tetradifon E - - - - - - E - - - - - -
224(Thenylchlor A 90 2 9 84 9 10 A 92 6 6 105 12 12
225| Thifluzamide E - - - - - - E - - - - - -
226|Thiobencarb A 89 7 11 95 16 16 A 96 5 8 114 17 23
227|Tolclofos—methyl A 92 5 9 81 8 9 A 95 5 11 100 10 11
228| Tolfenpyrad A 98 3 13 85 16 16 A 95 5 7 110 4 9
229| Tralomethrin A 93 4 12 86 10 20 A 98 7 8 98 8 14
230| Triadimefon A 85 5 11 95 9 21 A | 100 3 4 100 18 18
231 Triadimenol1 A 86 6 12 89 13 14 A 100 7 11 103 9 12
Triadimenol2 86 5 16 94 7 17 100 4 10 108 8 8
232| Triallate A 83 5 8 79 13 17 A 93 4 7 80 10 15
233| Triazophos A 87 4 11 88 5 18 A 97 4 6 112 8 8
234| Tribufos A 95 4 8 92 15 15 A | 100 6 6 117 9 9
235| Tricyclazole E - - - - - - E - - - - - -
236| Trifloxystrobin A 89 3 8 90 13 17 A 95 6 6 88 19 19
237| Trifluralin A 87 5 14 75 18 30 A 96 6 8 82 8 18
238|Uniconazole P A 85 4 5 80 14 15 A | 100 7 9 99 11 14
239|Vinclozoline A 83 4 17 99 12 14 A 94 5 7 101 7 13
240 XMC A 95 4 14 98 7 15 A 88 4 5 103 9 11
241|Zoxamide A 94 7 9 102 4 15 A 99 4 8 110 6 13
R5 BHEER
BRHEBRAE BHEE/BREE BRHEE RHE (ppm) HAE(E (ppm) Eih
KIBDR (1/6) MLZTIVESK 0.03 0.2 = E
Ik 7AaysR 0.08 2 EE
<k (2/4) — -

SIkTIVANLT 0.01 5.0 = E
T~ (1/2) iEPN 0.09 0.1 = E
E—<> (1/6) i RILANYY 0.02 2.0 Edf:3
FSNAE (1/2) iRILAR) Y 0.04 2.0 = E
ANES (5/10) iF7a+J—I 0.15, 0.03, 0.02, 0.02, 0.01 10 = E
Lo (2/4) izzo7Ossk)y 0.04, 0.06 5 A
NFF (3/3) iHOLEYHRR 0.02, 0.01, 0.03 3 A
T73arJ—) 0.03 1 EE
. IRILAR) Y 0.03, 0.03 2.0 = E

YA (3/3) -
20J)LEYHRA 0.03 1.0 = E
k)zoxoRbAEY 0.01 3 = E
L (1/3) iRILANIY 0.07 2.0 B
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4 £&D
GC/MS/MS % FI 7= B9 3540 R OV R IR PR 3R

—H WL OZ YR %, BASEEOTA KT 4~

W2t TITV, ROFERE72,

O RYEARE GO T 241 FE O RIS O MRM #l5E
BATo728 A, WEHHIRE 0.01ppm O 5 5 & E %
229 FEE ORI TR LN,

@ BRI, LDIFORL—IMRUOETVFR, RE
IFDOEFTLAY Y3, Zunv7zFEN, T
YU RPETVRATHEHALZEZ Tz,

@ HEFEO HEAL (70 ~ 120%) % W78 EE i 723 2
Fix, DD 20K, K& 29HETH - 72

@ PHATHEEIZ VSN O REW T 31T B 25135
LTz, BWREEIZIMTREE L ) & HEEME 2 572
KW EEEN L o 720 0.01ppm TRMNIELC HAEAE 2 i
L TWRWEENRE L, s o RIEIIMho BIEIC
HRTEREEZEL DM LVEETH - 72

6 ZUPERHl TG & e S N D WTRINIRE CHEE K
OFE o BAEE %2 4Tl 7297 381, b b 210 FiH,
RE) ATHETH 572,

© ARRABEEH T, FEREZ T - H9E 36 f%
135 AR TAT vy, 20 Befk e & 9 FEFFHE R 22 fE kA4
THRALEMED T oRIE S N, REEIHELVOE
SR ICH S 7z BRI, A MORIED 5 EHREIC
Sz,

Stk & b MPERHM & fkfE LTIV, IR ISR T H

DFEEEAT> T E T2,
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Study on the development of analytical techniques of hazardous chemicals

contained in food and pharmaceuticals, etc.

— Study of the analysis method of bitter component cucurbitacin that is included in the cucurbits —

BT, ARARIERE, JLAHESE, RHES, HERNE (B AR
Toshiyuki Yoshioka, Masaaki Akaki, Masami Kitamura, Yukio Asada, Junko Namba
(Food and Drug Chemical Research Section)

=

=
B

)RR E ENLERIT T Z NV E Y T Y DGHTEIIOWTHE L7z A% 7 — )Vl BERR OV FRdli £,
A= Vv TATATHEL, Wk a< 77 7HESHEH(LC/MS) THE L7z F 2w ) & v 72 EDEER
DGR, 82~ 105% DR SNTz0 FIELIZOIECL ) 2T TA DY VORRGZGH LIS, 70 E

% v B 19mg/kg M 7z,

[F—T—F:oURNY, BH®RE Z727VE¥Tr, fikrax b7 g 7880 0EH
[Key words : Cucurbit, Natural poison, Cucurbitacin, LC/MS]

1 [FUIC

)RR, FavY), AvF—=, AXF ¥,
Ay, 2t (eary ) ERHY, HHH TR
PEEMSESE SR Twa, L, Hic, #H
e ) BHEWIC TR S TH B 7 7 v ey v v a4
GEATOBEENSH D, 77 VEY Y Y ZNERR T VR
A RTHA0FEDO 2 7 VE Y S U bhTnwa Y,
COWEIL, o TBRA LA, B TR Z Rk
IVEELREBAZEZT SR TRESH Y, HATIE
WFES0EMICZ 2 VE S Y YV EERDOIY A F OB
Rbavy rEoREICEY, SHoaEhEIEAL
3BADBEDFAEL TS > Y R TS P 26 4
7 R RRAEN TRy F—= & INb 7 70K
Y AR E R bR E AT L2 e
5, JIIVEY Y Y DOHNERRE L7,

I NVES Yy OGNE, BRSO T IR %
MEra~ 797 4 —Col - Ki# L, HPLC % LC/
MS TR 2 TES G ShTws %, Lal,
Bru< b7 g7 4=k rZ Lz el sh
HIENS, A, H— N v IH T A K BIER)E

WCOWTHRF L, BBMOD 500 TESMHLTE -0
THET %o

2 EBRAE
21 E#EYHE
GHBEORFCHEH L 4oz 7 vE S ¥ Vg
Chroma Dex 8T, 04w EfELERL X 11
Yo NS OFEHEY R A W COTE OB 2175 72,
Ko INVEY Yy Img BAEFEL, A% — IV TIERELC
10mL & L, 100 ug/mL OFEHEJFE % 3 L7z, K4
I ImL 2 0L, * %/ — )V TIE#EIC 10mL & L,
10 4 g/mL ORAEEER 2 B L7z, RAEERKZ

=1 RENE

WE 4 o2 o
I NEH T UB CazHas0s 558.4
7 NVEHL T UD CaoH4407 516.3
U NE ST UE Ca2Has0 556.3
A= ag CaoHa207 514.3
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X5 =)V THAMRL T 10 ~ 200ng/mL 5 &:fi ] it
WAL 72,

iy 100mLiEEE
209

b Vi 521

50 mL

EiI o Bl
| 2,000rpmx573-fifl

|
Ei

0-4)—IN& L—4—
BEEATF IV 480 Hi

P

15 mLx2[El

H
ka3

! KRBT L

|
/:b)} E

n

3

2

JINEH R

22 ERVBIESZRG
Feit 1, Applied Biosystems # API3200 Qtrap % fif
L7z LC/MS OWESMFIEE2ODEBYTH S,

%2 LC/MS DREIFELEMY

HPLC: il LC-20A &£/ T T b AT A
717 2 Waterst:4 XTerra MS C18 3.5um (2.1mml.D.x15¢cm)
717 A - 40°C
B : 72 h=RUL k=1 :1
FEEFAE A 0.2mL/min
FRUBHE A © 5uL

MS : Applied Biosystems ! AP13200 QTrap
A H—7 = —A : Turbo V source
WESE : QQAX vy E— K

O %ff1
A A AkE— R : ESI positive mode
A A IR : 600°C
A A LB : 5500V

O %fF2
A 4> {kE— K : ESI negative mode
A A VIR : 600°C
A A AL -4500V

2.3 HIREFE

Mg L7zt 7 e — %2 M 2 1R 3. MG PHE, HE
ra~< 757 14— (Merck # TLC silica gel 60 Fau :
HIATVL—b) E3MBOHWA— ) v I AhT A
SUPELCO # Envicarb/LC-NH: Agilent # Mega
Bond Elute-PSA (1g) , Agilent # Bond Elute C18
(1,000mg) 122V THEF L7z,

154 [ELUEREBREE 2 —F58R

EEA T2
[ Envicarb/LC-NH, Jo.2ml £15
I oumLAw. EE ! e
SEC-HHH |[STDORMEE—ET HE5 bt O-§-INH L4~
1 1 24)-IERIE
ey =z ]
FI=N2mLiBfE 1 2mL
BB
Millex-LCR
\ (0.45pm,13mm)
[ LoMs | &R :0.01mghkg

K2 HAH7Oo-—

3 KREBRRUEER
3.1 LC/MSBIFEIZDWVT

7 IoNVESY VYDA F yAbiEIR ESI ZER L 7
MS/MS & Tl % iR 7275, L TE Rholz7z0,
AFx VFICEVMELZ ATEFOZ 7V ESY D UK
100ng/mL # FOEEREZME LRI T4 7E—- L&
ATTATE=FOZUX NIRRT 77

KEFATE—R
e /
J' % Joe

K3 7onE2y>OyAY NI T L

VEF YYD, 2INVEF TV ZIVET TV B R
2727 VES Y Y EDMHICE = PHERTE 2. &b,
N=2A54 VIFRYTF 4 TE—FDITIINEDh o7z,
HA4CKRY T4 TE—NEATT A TE-—FDTRA
X7 MVERT, AAT4 7= FTIE, 4D r 2
VE Y Y 3T T[M-H] 25 & 17z,
KIWCE=ZI—AF V2R T BRI, RV T4 7T E—
FTHEZITV, TRENOR—ZAE =7 FEgiE( v
L7 BUAF VL, K770 ESY T v O [M+Na]



ROFATE—R

77 NVEH T D

JINESR T

7 I NERT B

77 VEXT R

FHTF4TE—FR 7O NEH D

JINERT T

77 NVEX T B
A

VA SV

v

B4 JIIVEZSDTIANRYT ML

£33 EZHZ—A1H>

W% JEHA A (w/z) A A (n/2)
JINES LD 481 539
JoNEE L] 479 497
JINEH VLB 481 521,581, 597
JINESVLE 479 519,579

HORHDOAF L Lz 1272l 22 NVES Y VTT
BRFAEOEEA A+ BB SN oizizd, 7 70Ee
7YY ETHBISND m/z497 2wt + v & Lz,
32 HRER

7o NES Yy OBEMRE K5 IZRT . 10 ~ 200ng/
mL OFEEHPH MM (r*>09985) 2SR S, ERT
PRix 0.0lmg/kg & L7z,

I NEZ D Ve = |

JUNER LB 7 INEZ VR

5 1RER

33 H—bMUvTHhTLOKE

SHEHEOWW S — MY v ¥4 5 4 (PSA, C18,
Envicarb/LC-NHz) i, A7) 05 3 o R
BB SN Tw5 b 0T, PSA TR IR, A
PR F o B 2202, CL8 I M M M W B o B 2,
Envicarb/LC-NH: 36 FE 0L %2 HMICEH S T
Wk, KA IFAIZZZINVES B % 100ng L,
AR 20mL T L, EHRERE L, x5 /-
WCiEHE L ImL IR L2, LC/MS Tl L7z, &
HEEEE, PSAEZ7TEFY iAFH 2 (1:1), Cl8 L
Envicarb/LC-NHz i3 h vy : 7 b= YL (1:3)
AR L7z mMENERZ K 6 2R3, Wihod— b
Vo YA T A EEAEYE O 3N ER AT 60% 2T
o723, SHETHEORRM A D > & bWFFTE S
Envicarb/LC-NH: 2 $%H L 72

100

80

60

B4R = (%)

40

20

Envicarb/LC-NH2 PSA c18

M6 Hh—btUyThTLOEYIER
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3.4 FE/ OYMJZ7 14— (TLC) DH&ET

KO INES Y VERYE 0ug  TLC 7L — F I
2Ry ML, zoOiVA : EBIFLV=1:1TERHN
L7z REHEW)PE 2B L7z TLC 2K 7 12R7,

7 REMEORRTLC

AN (254nm) & BRS L, HOBASTHIR L7280 0527 2
ey rORMAMELZRLTWS, RIfEIZZ 7V E
3y DH010, 727 VESZ Y IH3019, 27 Ve
YUYBA033, 27 VES YV EN04 ThHole i
TAHR L7 2 B EHLY, X8 — VITHER L
LC/MS Tilllsg L7z & 24, I 20 ~ 40% FiEET
Holze LA o T, TLCIXERM 2 MANIZ R EDS
oo, EVEHOMRBAEL L TEDT 7,

3.5 ARMENREER

TIMEGRER L, F 2 ) & L—% W TER L 72,
M L72F 2w 20g (H L—DH&13 10g) 1I2& 27 7V
Cy T yE2ugimML, 5870 — 2w L7z,
MBI 8 12, 7u~ M7 I A% K9 IR
Fo Fav ) OREILRIZ, 82~ 105% & JEH 12 B 7%
WETHo720 —J7, MLERHD A L —o NI, 26
~67%THY, ¥iZ, 227 VvE ¥ ¥ ¥ E oK
W o720 ZORKRIZ, 7 L— I3RS oA 7%
<MY 7 ANEETNTEY, Envicarb/LC-NHz WLFE
2 TIERE L ENBWIIER S A5 L, LC/MS il
FEDOBNA F ALEHIAA T, AT ERER AL <
Holzb D EHEN S Nz MR [ R X 5720121,
WA DL L), R TEZEMLAZY, < M) v
7 AMRMORHENEZ 2 5N b,
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120

100
g 80 -+
® 60 -
=3
= 40 LSy
20 - mhL—
0
h i Q ©
ﬁ"ﬂ S j ﬁ:[j y )
Jc N@ g Jé‘
0 h 3 2
! " ) )

8 AINEUEHERHFER

’/;7 Wik sy

M9 #HL—-0OyaO% T ILh
(EE% :TIC, TE& :m/z 479,481)

3.6 AVHFDKRE
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10IRTEIICZ 7V E S ¥ v BA 19mg/kg i &R
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@ =T Vv INTAEMALIZGE, RMBEGEEE
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Studies on Component Analysis for Designated Drugs
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*ELEQRART, R S i A TR T
Masami Kitamura, Yukio Asada, Junko Nanba, Masaaki Akaki,
Kanae Koeduka *, Toshiyuki Yoshioka,
Ruri Kikura-Hanajiri **, Yukihiro Goda **

(Food and Drug Chemical Research Section)
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* Maniwa Health Care Center, ** National Institute of Health Sciences
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AR, FREHY DL FREE IBAL L TB Y, 2T I BV T O kA ZINEEFF AL L TR TH L. Bt —
PREGMEZRAELTVL2H0DI) L, X522 TR T Vb D%, P 217) LTUENFLEL S DIZOWTHR
WEAT o TR, SRR E o720 SIHTWHE & 22 o 72 A-834735, QUCHIC, 5F-QUPIC, 5F-NNEL, NNEI, a
-PHPP JU" MPHP 13, [f] UE#IEREATHEZRHOMEMWAT TICWL OB ERM E o T D20, Sk %Z
1o TS ETOAMBIMA 25 2 LA TE T,

[(F—T—F:BERrFI vy, BNy 7, fifkra~ b7 s 78R0NE, A2 a~x b7 g 7880 0ErH
[Key words : Designated Drugs, Illegal Drug, Risk Drug, LC/MS, GC/MS]
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FILEPICBWCHER KT v 755K & b 5
BHENBELTBY Y, ZORENAHICE-TWD

ZIWE B HEWER S EEMIZIERL, KREehEMEE
o TWho P ISFEDEFLYIEIZ LY, X)HED
EMEAL, L5 EEgRENRETLIBEN
DHHLOPREREY L LTHRE ST, BoEssstik
Nizo ZORMBEIEWIT LY 3L WHE 1 YR ESh
7ehs, VRK 27 4R 5 A BIAETIE 2297 WE SR 3 &
LTIRESN TS, EBREFT v 712id, REHOEY
Wz, ZOREEMIPERSNTVDIREEDD 5.
F7, FHK2604E4 A 1 HD» HIEHERLTSEH LS T
DIREIEW OFTFE, WA, Y2 ROEH ORI
THRENMDY, ZOHLELRLERETHEB T v
FREGOBE WGE, REEORIESEIHE SN, Bl
DEALDTEA TV BRI TH 5,

TEMD, BEEMOT T, FFICHMTITBVTLEDS
VELEZDLZBDIZOVTOSNEERE L5,
A-834735, QUCHIC, 5F-QUPIC, 5F-NNEI, NNEI,
a ~PHPP, MPHP O HiEIZ DWW TH T OMA %G
DTHET %,

2 EEBRFE
21 SIHREL-IBEEY

B & L CfEH L 72 AM2232, AMI1220, JWH-
200, QUCHIC, 5F-QUPIC, NNEI1, 5F-NNE1 & O~
MPHP & Cayman Chemical # % 72, A-834735 &
Y o -PHPP (3 [5] 37 & 56 5 £ i A E 28 20 © 0 735
ZHwviz,
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A-834735 QUCHIC 5F-QUPIC NNE1
ve i
el
N
\K
5F-NNE1 MPHP a-PHPP
M1 FEROEERX

H1iczhsofErsRy,

Ay )=, T M= M)IVEOFEEZ LC/MS %,
FET Ve LR E, VAFNVALVEFY FIZS
AT F Y VG E 72 (B TADEMBE TR . »
Y75 74 )% —id MILLIPORE # ¢ MILLEX-LCR
(LEE 045 um) % v 720
22 BFREBBROBH

FAHEGIEI A S ) =V FY A FVANKRF Y FICHE
s, X¥ 7=V XUIT7E = Y IVTHEERR LR
B 720 72721 LC/MS 53 #t O R R (23 %
Wik, A% /=N :Kk=1:1DHEHETHEANL 72,
2.3 BlERMH
231 R Y—==2%5(GC/MS) DHBEHDHE
FARMIITBAE Y Z2BEICLTVAED, Kby sy —
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THRA LTV R IREEWEERD I B, Gl e/
4 FETH 5 AM2232, AMI1220, JWH-200 i3 v #& 4:
DEWILEFEL, Mo EEY & L TH 7 21258 <
PR¥F S MARFFIRERI 28 30 402 Th 5 (XM 2) 728, @Al
BOEM 2 OFRGNDH B, 310C~FHiwtk, 1551
BHRT L L IEHEL,

WEEMHZUTIORT, &b, Fx)T7—FADHE
EEZY — A OB EHPILETAE L7,
23.2 GC/MS EMH2h
fEREFE  GC @ Varian # 450GC ,
MSD: Varian # 240MS (£ + > k5 v 7H)
<iMESM1 > (MPHP U a -PHPP)
715 4 ¢ Agilent #  DB-5MS+DS(0.25mmi.d. X 30m,



ts - 2015/07/29 14:22

zzzzzzzzzzzzz 1_10ppm_lulsms
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- Date: 2013/06/27 1:31
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£ ED 2

3 b £ ES 3 3

£

AM1220 VAT TLEIRARY ML

AM2232 VAT TLEIRARYRL

JWH-200 DYBT T SLETRRARYMIL

B2 AM1220, AM2232 RUNJWH-200 DV O~ h TS LEXRINRYT ML

JEJE 0.25um)?

Fx )T =AY T A 07mL/min

WEALREE £ 200C, A7V v PLXA,

A% bk ELEE 70eV

Atk 80C (1min) -5C /min-190C (15min)-10TC
/min-310C (20min)

<MWE4A: 2 > (QUCHIC, 5F-QUPIC, NNEI,

5F-NNEI, A-834735)

515 2 Agilent #  DB-5MS+DS (0.25mmi.d. X 30m,

JEE 0.25um)

Fx )T =AY 7 A LlmL/min

TEALREE © 250C, A7) v LA,

A% bk ELEE 70eV

Aimgett + 200C (Imin)-5C /min-310C (15min
hold) ¥

< MSD Zeff (S 1 RO 2 $tad) >

Trap Temperature : 150C,

Manifold Temperature : 45C,

TransferLine Temperature : 250C,

Source Temperature : 150C

233 LC/MS EE5R

AL HPLC @ B3 LC-20A BEZ IV v b
VAT A
MSD : Applied Biosystems # API3200
QTrap

<WEsM 1 > (MPHP K% F ¢ -PHPP)

715 2 Waters # Atlantis T3(21 x 150mm, 5um)
BEM A : 10mM /7 ¥ €= 7 A8 (pH3.0),
BEMB: 7 =1tV

A:B  90:10(0min) — 80:20 (50min)—30:70 (60-75min)
Jidk  02ml/min, # T AMEE 40C, AR :5ul
<MWE4t: 2 > (QUCHIC, 5F-QUPIC, NNEI,
5F-NNE1, A-834735)

715 5 :Waters # XBridge C18(2.1 x 150mm, 3.5um)
BB A 1 01% ¥, BEMH B 01% ¥H7 b=
UV A E ) =)L (60:40)

A:B  50:50 (0min) — 10:90 (30-35min)

0.3ml/min, % LB 40C, AR :5ul
< MSD e (g St 1 Je 0 2 Jtad) >

A4 »%—7x—A : Turbo V source

Mg MS/MS E— F

A % »4bE— F : ESI positive mode

A YIRIREE ¢ 400C

A4 % VLRI : 5500V

By —AF U (FE]D)

24 F—H~N-2

AT BET A124720) . GC/MS U LC/MS @

MS/MS A7 bIVF A4 T 5 F—F DPWFKEIT- 720

FPUL Yy —TATLHRESEY, BRSSO RS Al

WDREHE L IZ DWW T, GC/MS Tt 104 %48 LC/MS
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£1 EZx—A4A>

EEAXY R4
A-834735 340.284>125.100 [ 340.284>242.200 [ 340.284>97.200
QUCHIC 385.252>240.200 [ 385.252>144.100 [ 385.252>116.000
5F-QUPIC 377.233>232.200 [ 377.233>144.100 [ 377.233>116.000
5F-NNE1 375.252>232.100 [ 375.252>144.100 [ 375.252>116.100
NNE1 357.206>214.300 [ 357.206>144.100 [ 357.206>116.200
a-PHPP 260.203>154.400 [ 260.203>105.000 [ 260.203>91.100
MPHP 260.220>140.200 [ 260.220>189.200 [ 260.220>119.100

T 34 o DM 2 04T L, 25 o0 O PR FFIRE
RAANRZ MVICHT LT 2REL, 9475 —
T—= RXR—=Z2A%EKL 7 Iz T, GC/MS T it
Agilent Technologies 23 #i L T \» %5 Mass Spectral
Library, i3 A —75 — T3 5 Cayman Chemical 25+ —
L= TR L T % Cayman Spectral Library
UF Scientific Working Group for the Analysis of Seized
Drugs (SWGDRUG) 23K — 2 R—=Y ECRHFEL T3
SWGDRUG MS Library # AT L, #2400 WD 57—
¥ R—=ADPFEH5E T L7ze F 720 LC/MS Tld AB
SCIEX 3 # B T L T2 MS/MS A7 bV T A4
77N EATL, #600 WEHDT — 5 X—ZADIFEHE
T L7
25 BRER

By, 2.2 Tl L 7B 2 SFREIC 2 5 X
IWME LI, A5/ —NVLETE = M) VEHWT
R ABL, 2, 5, 10, 20, 50, 100, 200, 500, 1,000ng/mL
ORAERFE 2R, ¥ — 2 WX ) RERZ 5
L7z,
26 DHOFIRE

WS GC/MS THIE 2TV, BRH6NIZYAANRY b
NMH D 24 TR L 727 — ¥ N—= A THREEITV, L&
WadEwe Lz, WIZ. LC/MS/MS THIEZ 1TV, T4
TN =TI R=AREEY, 777XV M roiLE
MoEIZHT 215 ER5. MAEOE, TofkigE
max AFL, LC/MSIZTEEZIT-72,

3 BRPIUVER
3.1 A-834735

A-834735 % GC/MS L " LC/MS Tl L 728D &
OX M THERAANRY FVERIZITRT . HRWEH
DY — 7 O#IZ A-834735 degradant L& X b b E—
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7R &N, GCiEALIDE (250C) T3 BBRARIZ
L7db okt siz, LC/MS/MS #ll % T i,
A-834735 £ JWH-203 D7V h—H—A F v b Tuy
I MAF U E LTV, VT ryarydf LD
WICE Y BT B Z EDSHRET D o 720
3.2 5F-QUPIC, QUCHIC, 5F-NNE1 &1 NNE1
5F-QUPIC & GC/MS Ml Tl — 2B 52 &
RRXY = VTSR E S A TR AR S T B Y Y,
VAFNVANKFY FETE = M)V EFCTEER
WAITo o0 F72, [ UREAREH % F> QUCHIC 122
WTIE, VAFVALVEFY RTHMBL, TEF=1Y
VTR OB 21T - 720 ZORE, FMED L
MNTE, FEDPTREE 2572 (H4),

¥% AR B HEERMERD 5 B 5F-QUPIC (5- 7 )V
FuaRyFIVE) ORERMEATH S 5F-QUPIC N-
(2-fluoropentyl) isomer (2- 7 )V + 1 X ¥ F )L ),
5F-NNE1(I-F+ 7 F Vv k) o & %Kk TdH 2
5F-NNEI1 2" -naphthyl isomer (2- -7 5 )V3£), NNE1
(1- F 7 F )V 3k) DR ERYEIRTH 5 NNEL 2' -naphthyl
isomer (2- 7 F V), @ 3 OofEREA (X 5)I1CD
WTIERE S AAFTELDOT, GC/MS LU LC/MS
(56 HWEF M2 TE £ 5F-QUPIC,
5F-NNE1, NNE1 & fR¥FREHZ L7 (1K 6) & 25,
GC/MS T2 ~54#), LC/MST1~ 24 EDH
EnAERPE SN, TOME, S5F-QUPIC (X 7),
5F-NNEI1 (X 8), NNE1 (|4 9) l22oWT, [AEA T hE
ol
3.3 MPHP XU'a -PHPP

MPHP ¥ Of a -PHPP i, GC/MS Ti[X 10 IZ/R$ &
BY, WESM1 TREERIC L 0E DERP D SH 2
EDOEAIZHEET E Tz, LC/MS TldillE 5t
1 TORFFREHAIERISERLTBY, 25T 5



GC/MS Analysis

zZoi1s5/05/132 8:59

FNewGmix _exas3a4735unz_std_as3a7
ERETE

Hm/az/ie zoos

A-834735

A-834735 degradant E

= == ES) ==

Spectrum 1A Plot - 2014/03/26 10:32

azas

242
257

99 99 -..339

W w W g0 g0 ) 15 £3 £ £3 £D

A-834735MDTRANRIKIL A-834735 degradant DY RARARYIL )L
LC/MS Analysis
- Mex. 1428 cps - Max. 208 cps
1.2e8 JWH-203  =es2 2008 [
1.2e8 \
@ 1.0e8 " 1.5e8
= A-834735 =
- B.0e7
= £ 10e8 .
g 6.0e7 \ 24,05 % o
E sger = so0es 971 S 3222 ’
2.0e7 50 . ]
o I R ISR O UL v v B | R
' 5 10 15 F 25 20 a5 50 100 150 200 250 200 250 400
Time, min miz, Da
BEEEROMRMTELNIOTNT T4 A-834T35MYRAARYIM L

3 A-834735
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GC/MS Analysis

i broken QUCHIC

QUCHIC

7' h=N IR

QUCHIC® A<+ 5., (TIC)

QUCHIC

Spectrum 1A Plot - 2014/05/23 14:03
Sca

S Plot - 2014/05/23 13:49 LA Sc Lsms
240 188 271
130
. 144 ]
384
Lils I ) s d JML L
% 25 £ % B b £ b0’ b0’ sho
QUCHICOTRRAARIK L QUCHICO S DI AARIM L
LC/MS Analysis
L Max. 1.2e8 ops. L Max. 3.8e6 cps.

1.15e8 28.37 oG 240.2

1.00e8 2.0e8
Ué 8.00e7 Ué 1441
£ s00s7 = 20=6
2 z
= 400e7 s
E E  1.0e8

2.00e7 et 102 ilas 2852

0.00 : . . . . . . . - 0.0 L . . b : : .
£ 10 18 20 25 #4135 40 45 80 85 50 100 150 200 250 300 350 400
Time, min miz, Da
QUCHIC® %O k'S5 (TIC) QUCHICOH IR RRARIB L
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ng
5F QUPIC N-(2-fluoropentyl)isomer
SuRae
y x

F

o]
o]
| N N [
N x | H
N
N
NNE1 2'-naphthyl isomer

3

5F-NNE1 2'-naphthyl isomer
o
\

E

5F QUPIC NNE1 5F-NNE1
M5 #EEEMHEEOEER
CEETELDPS7-DT, m/z 260 % 7)) h—H—4 % B =2

vk L7z MS/MS il T 4 1285 H @ m/z 140 ST m/
2154 %707 M+ e LTHEZIT> 72,
34 RER

IR LZZEBY, 2 TORERIZOWTHEMHME
PHEONIZOT, EREDPWHEE o7,

4 £&D

GC OBIZ X Y /3R L7z, WBGRIUC X o TG
LTLE) b®, LC/MS T BEAT REZ 1T L5
WCHEBLTwa b L, A R E R 72RE Yy
2OV THHTLEORE 2175 72,

Bz fRe e e Sh-iigix, MaEoReERy
DIERFREREIRIE T — T 2 78 L LB WA S
NDHZEDNLL, [Wizh To 2 | EHINBIRED W
TWbZehs, FLMEL OGS % —5 L T
EHEY) & T B USERE R ESEA STz, faEdk
132000 WELLEE 2D, RSO HSHEHEALL T <
D %o FRITPR26 451 A 12 HASUREEE ST
72hF )y RIALEWITOWTIE, GC/MSIZXk B2
==V 7R LC/MS 255N 53 AANRY MVIEHR
Whignizo, BEEE, POoREIALEWORE %
179 7290121, 4113 TOF/MS K U NMR (2 X 5 f#br
PRI ->TLHEEZLND,

RWMAEIZH72D, BROBEIHEZ 1 AN Wiz72n
72, b UL PR AR BREE A FE T DRAE R R AR TG AL 53R 0 B AR
BOERE, RARY MV T — 7 5% TRV 5w 7z,
BRI ST 2SR i AR S e AR L2 SRS R R O B AR
OERRICHEH L E T,

X

D @AHHH: BTy 2, Pk 2543 H 7 HREI
VRRGRE S

2) JEAGTE)AE IR 3K L R B AL A - R SRR R A
EEIEY O P ERE RO WT, AR 0914
5%, PH224E9 H 14 H, 2010

3) WhETEE, hoRSEDA, BT, BEAY] SR
L iEERI v FELTHREBLTWEERS YT ¥
J A4 FEOGH, BRSO, 16(2), 73-90, 2011

4) SRR, BANEE V6N, BT B
(R HHE, SHFEL  TERICBTLEENT v
T RBAT O W T CPI 21 4R EE), T3 R A
JEAT4ETR, 58 1 51-54, 2009

5 W EEE :&E¥EFT v Z9WIiconT, P25 4F
JERIVE IR A B BT v 7RGk, KB
ANRAERFERT, 2013
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GC/MS Analysis

Chromatogram Plot 1 - 201 5/05/1.3 9:0°1

anws\data\phthalate\h260430__pcblisomer6mix_10ppm_2.sms
ix _1O0ppm_2= Operator: shio
1 - 9966 Time Range: O0.00 - 29.99 min. Date: 201 4/05/26 11:313
iSomeres Tor Sms Tic

©)

S ES ER

1EEZEY (5F-QUPIC, 5F-NNE1RUNNEL) 2 DEEARDREFRERDIATRT 5L (TIC)

LC/MS Analysis

= TIC of +MRM (152 pairs): from Sample 4 (iscmerSmix_10ppm_2) of 20140527MRM_XBridge_10_90_40min_H...

1.27e7 SR

1.20e7 4 @

1.10e7 A
1.00e7 ® @
5.00e8 31.43

8.00e81
7.00e8 4
8.00e8

50028 4
® 34.51
4.00e6

IS, CPS

2.00=8
2.00e84

1.00e8 4

M

Max. 1.3e7 cps

0.00

Time. min

T T T f T T
270 280 250 20.0 21.0 220 220 240 5.0

T
28.0

T T
arao 280

FEEEY (5F-QUPIC, 5F-NNE1RUNNEL) EZFDEMKDERELERDIOTN 5L (TIC)

M:5F-QUPIC N-(2-fluoropentyl)isomer
@:5F-QUPIC

@):NNE1

@:5F-NNE1

®:NNE1 2-naphthyl isomer
®:5F-NNE1 2'-naphthyl isomer

6 FME
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GC/MS Analysis

AR — LA

5F-QUPIC

THb=MVBER

5F-QUPIC
5F-QUPIC®H YA RS L(TIC)
= o 3
1 ] 188 263
232
i 144
144
l ita l 376
\m T PR N I e 1 roaa £ £2 0 STRRSSON
5F-QUPICOTRRARYN L 5F-QUPICO A EMD I RARY L
LC/MS Analysis
- Max. 1.0e8 cps. Msx. 2.0e6 cps.
1.00=8 o 208 2322
- 8.00e7 @ 1441
= S 20es
Ej 8.00e7 -é-‘
é 4.00eT E 1.0e8
~  200e7 = 3772
116.0 o0 ode o
0.00 : : : : . . . ; o.0M —L . . . . " .
5 10 15 20 25 *l 35 40 45 50 55 50 100 150 200 250 300 350 400
Time, min miz, Da
5F-QUPIC®M %~ 0= ~'S L(TIC) 5F-QUPICMDO R RARRIM L

7 5F-QUPIC
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GC/MS Analysis

- 2015/04130 11:03

.

5F-NNE1040< 54 (TIC)

T v v T T T

LC/MS Analysis

‘Spectrum 1A Plot - 2014104/08 937

A 144

232

374

5F-NNE1DTRARYIML

L Max. 1.7eB cps. L Max. 8.0e8 cps.
1.7e8 S oo iy 2322
1.5e8
§ é" 4 0ef
£ 10es = v
£ s0e7 g z20e
= . 1180
A | 13011582 2096 2§5E
0.0 . . . - . . . . . . 0.0l . - : . - . ,
& 10 15 20 25 lICI a5 49 45 50 &5 5 100 150 200 250 200 as0 400
Time, min miz, Da
5F-NNE1O-A<T kRS54 (TIC) 5F-NNE1DTRRRIML
8 5F-NNE1
GC/MS Analysis
’ 214
A 144 356
RA_H,/—K\~ L
NNE1DO%B7 5.4 (TIC) NNE1DTZRRARTML
LC/MS Analysis
= Max. 927 cps. ™ Max. 4.0e8 cps
5327 38T £ges 214.2
8.0e7 Lansi
= o 3.0e6
S 6.0e7 e
Z Z  20e8 872
2 ape7 c
s g
E 20w E 10 .
89.2 H|"D 128.3 2|30
0.0 T 0.0M L
5 10 15 20 25 "] a5 40 45 50 55 50 100 150 200 250 300 350 400
Time, min miz, Da
NNE1DYAT 5 L (TIC) NNE1DTRZARIM L
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GC/MS Analysis

o15/05/08 9:08

i 0.00 - 69.99 min

7 _illegaldrugs\p_m_10ppm.sms

Operator: yoshioka
BRte 2851 /585 T isa

v a-PHPP ]
MPHP
\ \
g ]
o =5 o s Ao

MPHP X Ua-PHPPD - AT 'S5 L (TIC)

1A Plot - 2014/04/07 11:16

aphpp 10ppm 2.5ms.

84

1l \M 1

na gD £ g3 £

a-PHPPDOTRAARIM L

LC/MS Analysis

a-PHPP
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Genetic Characterization and Comparison of Clostridium botulinum Isolates
from Botulism Cases in Japan between 2006 and 2011

Tsuyoshi Kenri, Tsuyoshi Sekizuka, Akihiko Yamamoto, Masaaki Iwaki, Takako Komiya,
Takashi Hatakeyama, Hiroshi Nakajima, Motohide Takahashi, Makoto Kuroda,
Keigo Shibayama

Appl Environ Microbiol. 2014, 80, 6954-6964.

Genetic characterization was performed for 10 group
I Clostridium botulinum strains isolated from botulism
cases in Japan between 2006 and 2011. Of these, 1 was
type A, 2 were type B, and 7 were type A (B)
lcarrying a silent bont/ B [bont/ (B)] gene} serotype
strains, based on botulinum neurotoxin (BoNT)
production. The type A strain harbored the subtype
Al BoNT gene (bont/Al), which is associated with
the ha gene cluster. The type B strains carried bont/
B5 or bont/ B6 subtype genes. The type A (B) strains
carried bont/Al identical to that of type A (B) strain
NCTC2916. However, bont/ (B) genes in these strains
showed single nucleotide polymorphisms (SNPs)
among strains. SNPs at 2 nucleotide positions of bont/
(B) enabled classification of the type A (B) strains into
3 groups. Pulsed-field gel electrophoresis (PFGE) and

multiple-locus variable:-number tandem-repeat

180 MILBRERELE > 2 —FR®

analysis (MLVA) also provided consistent separation
results. In addition, the type A (B) strains were
separated into 2 lineages based on their plasmid
profiles. One lineage carried a small plasmid (5.9 kb),
and another harbored 21-kb plasmids. To obtain more
detailed genetic information about the 10 strains, we
sequenced their genomes and compared them with 13
group I C. botulinum genomes in a database using
whole-genome SNP analysis. This analysis provided
high-resolution strain discrimination and enabled us to
generate a refined phylogenetic tree that provides
effective traceability of botulism cases, as well as
bioterrorism materials. In the phylogenetic tree, the
subtype B6 strains, Okayama2011 and Osaka05, were
distantly separated from the other strains, indicating
genomic divergence of subtype B6 strains among

group I strains.
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B Lp SG3 122w T, PFGE 12 & % ##T % 17 - 726
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HBESHRDIS Y — 2 LIZR R 5Tz, 5HDIKY
WM D720, &0 ZREBIKIZOWT, e L7z
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Poi EARIFAT T 15 DR BEARIC K B B3R 7 Bl R IEAYELR A > X 7 2 D
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il OREEET, TEURE b
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PR 26 S
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BIGEE A FER L 720 PFGE iEIC X AT CTlX, k)
B EDNED 7)) 7T, T KU T AENTIE R R M
PEEIEWA R S N72A, 1 ZIEF R LR TH - 7.
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FpY [ gk ¢ 38 2R L 72 EHEC &SNS WT, 9%
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G DL U CTIRNT L7zo ALY, BN ERGET
FEH T D5 THEFMIRNT L, 0157 HED MiEH 12O W T
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LTHED, TDH5H120DISa— FIZ&BHETI,
VLI 2 2O 70 B DS AL S 7z IRITRE O TRiR
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PR 26 AEEE AREG - WETE O HEGE F L ONPIK 24 ~ 26 SRR A TEHGE
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JE~ 26 4 BE 0> 3 AR i M ik K i (EHEC) 0157
WHRE VT, 7SV A7 4 =V F7VESKE)E (PFGE
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VED R AG R OB Pk Je V3 — FEZERLIC X b, F
BIFEHERED A 7 ) — = ZIN BRI GHTH 5 & b
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EEPHET b
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Vo FTHETH B [DO0 WK | J O HARKLBE
&, RYYE L IR YGE IS BLE S b B LR SR
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LALEDS, IS DOFEBRESH O KM TH 5
HFAEMRICB T, ABRER ANFRBEFEICL S
B O T CEMSHEEIC 2 2 AW TB Y, Fi
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B O BAZ T B W O E R AR E Tl 572, &
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B ZWOFERMHEA50% 2B, ThIZEdko
T, [oo73d |- [ HAKLIEE |2 ME2 W £ 72138 (51
SHCHMITRE R MR, L DIT544% Lol &
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