BEEFERLBEF A RO —LEFTRMOBMEIZLD
AZR) YV IENERE T A D =D DINAAI—H—IRHHR

BIEZMRT MEEGERERAR L 4— A RO—LBEF—L
LR E B &

(KXRIAEE)
BREEIXNT RinEailFHER HRXE KB ER
BREEIXNT RintailFHRER HRE Bl &E

[EL&HIC

A B R Y v 7 FEGEREE, BERIFOITe 59 A D WILFRABEREIS T 7 PigIS W EE L
DORFENA G D D0h Y | Eilinthe &l 2 72 OB EOREFMILH OO, 2k
H72 PR FIEDOMENL N ZRN TNV D, THETIZ, Bild 2 VIEEE, AFEEE V-
7o B2R & OBIEMEITE FC B ST o TV A OO, XY EEN SRR T
DI, ZORIERETF OIS, A~ — I —DIERABRRNERD, L LRNG, Ktk
DIEFIED L 1F, —HBOIRERBED ORIZER L TN D72 DITEENREE ORI AL |
BN TP~ —T — DR IR TH > 72, AFETIE, ZNOOREREZHRET L7201,
HEFRA D> DL E R 7R R R DN AT RE 72 MU 2R IR A & 7R 1 — it O B H A O L 2 oD 72,

& R
@® LC-MSIZ& % E FlEhDIEE DHBEMIER

AR IR & 7o IR FBEC R BRI D B2 DRI AFAE L TR Y, U VIR 2 IR
Wi OFFECHE SRR DB NN L > TN == g VICEATES FRENGEET S, 20 k)
IR EARTIRNEE 53 TR L OV ORI 2 T T 2121, WCHERERICERRE N TE 2003,
ZFOEMFNEROIMIZIB N THLEETH D, LoLENRL, RO A X R o — AEITO
£ N, —HONEERBY DO T +—H AL TWAEDIZ, b ETHES A #FEND
FEE LEX ST, MENREEERE H2ICG 2 L0 LY, 2o, BENOH
LWL DR R, RADILEMORIEICELDOLRETH D, T OFRE A g4
LHFEE LT, BUER A NELD LA TV D @ /o fihe 7o U EARA TIRFRG AL (Q-TOF) MS/MS % H]
Wiz D Data dependent A ¥ NI KD X —F v b T 4 AU =D X XK v — AEHT
BT, WENCIEEOEMEREZITH> T 7u—F L LTADTHL EEZLNSLY (K1),
AWFZETIE, B MLEEZHWT, FolchtZBENORIEE A L. WHRRIEZ v~ 7



77 4— (RPLC)T T2 Q-TOF MS/MSZ3#T 21T~ 72% (0. 1uLFHY), ZDOfEHE, 6,000
TEDOMS/MS 7 —% ([RINRSS ) A Rig Exgte) #RUETE, URZ X7 E K ONEAEED
R CTH D U UIEESCH IR E RN < a7 (K2),

X1

TOF MS scan (High-resolution)

™ Target discovery analysis low Full range (1sec)
- (Data dependent scanning) ’ i

m/z

£

o TOF MS/MS (Sensitive)

||

\ Low Full range (1sec)
| | threshold A
- ,m/z
10~20MS/MS (1sec)
2
o0 1172.8293/9.46
e 1171.8415/9.48 ~—1163.3612/9.98

1111.3419/8. 35I 1159.3373/9.48
1077.8372/8.97 1171.3336/9.44
1039.3050/3.56 =—1069.7181/685 ~®-1077.3397/893
10 103905067354 1014.6577/6.11

mmmdnﬁ
1000 ISBE 3379/0.26 9926670/6.15 1014.1676/6.17 p

10826346/6.13 1092.8040/16.88

Triglycerides

973655171318
I

1100

941.4464/8.23 ° 952.
50 10136730/6.15 - 3237031486
1.8465/16.99
. P ——- o1 o527 — 3 051315
881.9492/4.73 882.1537/8.18 = . 30 8441/16 34
) 10.7837/16.34
o &0 8358383352 - f -
3 8700350/513 ®  gig7e9/ees 5y
8 800 831.4427/351 TBSIB1EIZ prgameey 7 o "5 a1
2 » . 994.6569/12.74
5 0 7455586/8.26 g
]
=

6932019/251

700 i 7101303/8¢ #68.5929/13.13
646.3784/4 65 seemiaas

650 565 2699/0.63 !

500 586.2718/1.54 616.1745/5.03

#—6256395/14.04
&-5852721/157 585 2690/4.34

B sor 40295~ \i ko1 46671064

o 519.5280/13.31
550 \5&5 2703/061 544.320/5 68 — = 548.5031/13.27 |
: 68.1910/7.85
so0| ¢ SeEEEEE 1953 -—508.1880/8.18 ssaniGhole Sﬁf@ﬁ‘m e Ste rs
«4781769/7.95
50| 4585002034 468.3071/5.98 4.73 Gyt
—430.9128/0.34 F{@m t: 48/7.91
. Sk 370.3758/16.21_370,6264/16.69
MA73202 351 21 1 /569 333 3424/815 =369.3521/926 370.3286/16.31 P
B4 3217201 84 —ab 04 260559 £ 333.3423/8.17 3706174/16.66
200 333.2165/1.86 371.1018/5.56
i H 3 H 5 3 7 g 3 10 11 12 [ 14 15 16 17 18
Time, min
LA

Q@ #F=GF7NTYRXLIZKE) VIEEOBRELBEBRE DX T LR

VU eEE. YV ke —n-3-Y o iglicayy, mXZ )— LTIy, vy A )Y b—
NWIR EOKBEIEEHT ML DV VY T AT 20T DORRIFBRN = AT VS LT
LOTHY, TNENARRAT7FILal)(PC), RATZ7F Ik ) —)LT I (PE),
RAZ7FoNtY v (PS), RAT7FUNA v b= (PI), RATZ 7»F T (PA) 72
ELMHIN D, £, U UIREIL, EREHEEOLMAE R U R 7 & 722 2 R RO R E D A
TH4T—F—LLTHONDTZA A AR (FeREF 7T 00y afabhzril)
iﬁ@%gﬁ5%kﬁéqu%@%ﬁ%%M@ﬁ%&%ﬁﬁi%f%éoL#L@ﬁa
%ﬁﬁ PFHENFET DU VIEEOIREEME AT X CAFTLZ L IIREETH H-DIT, B
GT — 2 RS ODITNRERNAEIERAT 2 D D 0D & 72 D03 :ﬂi?%ﬁEWOA4
x»»cfyk@ﬁﬁgﬁﬁﬁxz?JWi\+ﬁﬂa@jé%vtw@wv0%ﬁﬂﬁ6%éo
AKWFFEClE, B L7-#8%ER9 72 Data dependent Ak v 7 —ZIZB LT, kX HA
TERGFE D E OMS/MS FEATEAIC IR W MAATE, T —F MoK 7 7 A0 UIRE ZFEIC LT
RMS/MS 7 7 7 A hE— 7 Z38E L, #7212 “Knockout selection” W9 7)Y X
LEERLTC K TI AL NE—2 D7 —71 (Stage 20¥H) RELAHT (Stage BILE)



Z L CRIEREDM Eailric (B8 5700y 7 hoxT707n 77 I 7L T

SHH BRI (M3), 2 ORR, EA%R
FHIETAA A =T 172 ) IR A AT

THH) .,

X3

IF100%1

X4

ETHLULETIZ
EL7p ol (K4 XPCORITERMEL —HIE L

EL.

Stage(

Stage@

New identification scheme

stage®

Knockout
selection

N -

High accuracy

T Twm o
Stage@ Stage@ Stage@
A(3peas)  A(2) A (2) === Correct
AR B() = (ONE e
B(1) A = (O0E e
B(1) B(1) ==b (restable)
B2 A

A(3) ? Incorrect

PC (Diacyl type)

28:0PC(14:0/14:0)

32:0/PC(16:0/16:0)

’37:1ch(19:0/18:2)
:4PC(17:0/20:4)

:1|PC(16:0/16:1)

133:1pc(16:0/17:1)

34:0PC(16:0/18:0)

:1|PC(16:0/18:1)

:2PC(16:0/18:2)

I35:1pc(17:1/18:0)

:2lPC(17:0/18:2)

:3PC(17:1/18:2)

[38:2]Pc(18:0/20:2,18:2/20:0)
:3PC(18:0/20:3,18:1/20:2,18:2/20:1)
:4lPC(18:0/20:4,18:1/20:3,18:2/20:2)
:SIPC(16:0/22:5,18:1/20:4)
PC(16:0/22:5,18:0/20:5,18:1/20:4)
:6/PC(16:0/22:6)
PC(18:1/20:5,18:2/20:4)
:7PC(18:2/20:5,18:3/20:4)

:4lPC(15:0/20:4)

36:1pc(18:0/18:1)

40:6/PC(18:0/22:6)
PC(20:2/20:4)

:2PC(16:0/20:2,18:0/18:2,18:1/18:1)

42:8/PC(20:2/22:6)

:3PC(16:0/20:3,18:1/18:2)

:4PC(16:0/20:4)
PC(18/:1/18:3,18:2/18:2)

:5/PC(16:0/20:5,16:1/20:4)
PC(18:2/18:3)

Classification
AAA
ABA
AAB
ABB

@ BEATAI—2—DERFBHLIEREZDEFH

LC/Q-TOF MS/MSIZ X2t hMUED X —47 > vF 4 A BN
U URRESCHMEIRE L W o Te A U — 22N O RSB I X AT RE
WIBE AT 4 =X —% X 0 ZEMNIENTT 5121
HThHoT,

—HBID A &R e — LENT T

TH DM, METEHREED S
- HLERIERLITIE D & B 72 2 a8 4

5 ABFETIL, AL
STEP1 (350D A5./— )L htts) sTEP2 SAYES) 1z Eg LT N ﬁé% 0 %) ﬁggj
MeOH (0.1%FE8) H,0 (0.1%FE8) N U,
. 300 uL { 300 uL 1@ ﬁ)ojﬂﬁﬂf_fj* 9 7=
10min B
H H TS H 2, AT AT —F
e il - T FINZFHEIC IR Y LA 72
STEP3  HSAIRE) ” STEP4 WUIEiRHE) STEPS FISRESDER) ( 5)0 i 7:_\ LC MS JAN
H0 (01%FH) 350 ul <OH (6.
f m;;n(o.l%aﬁ&);os::t f "‘°3‘3.,’f ) f " "z'f;ét’i%#g’ *ﬁwc i J: D I_J/r_n }—‘~ 71-&:3
H B H H H H s E Y EARIMS &2 V7=
25°C, 2000 G 25 C 20005 < 25 D;,:‘(i):ﬂG .
" A RZ—=4y MDA
STEP6 i) STeP7 EiBfE) - _ - .
1PA (0.1%E8) R |§|/um cuc1;{£2niou=1:z 57 A= A ﬁfF ﬁ? 78 JE b))
200 uL 128 1/28
+*§ﬁm“ o Tco ZOREE. U UIEE
. c zom BB 15°C BRI 15°C e SRR L W T A Y

— R EEE AT 4
LA —TERWT, %@@HE%?4i—5—%%m-EW?%:&ﬁﬂ%m@oto:h%
DIFE AT 4 =—Z—DHhpt, U A MIET-SMEONENBRNHY - V) UIEE - 27

4 VAR AT a— VHHIR ElZoWT, BEHINCHENT N ATRE & 72 o 7= ([K6),



©
(¢}
A
A

Fatty acids

Acylcarnitines

Lysophosphatidylcholines

Lysophosphatidylethanolamines

Stearic Acid-d3 (18:0)

Acylcarnitine-d3 (18:0)

LPC-d3 (16:0)

LPC-d3 (16:0)

FA(10:0) [} LPC(12:0) X LPE(12:0) X
FE BT IL—TDOS FA(11:0) A © LPE(14:0) X
o o treiso) x
[©) © [©) ©
s E-ORRREF [e) A ) ©
: R=R 5 UFELH E—IRRIERIF
: E—ODERUYOHRAOLEL g g g o 4
— OB/ X EEEAEL
o €} &) ©
[©) (€] [©) €]
[€) A [©) €]
o © © LPE(19:0) A
[€) © [©) LPE(20:0) A
€} €} &) €]
o ° ° x
€} A &) ©
[€) (€] [€) ©
[©) €] [©) ©
© © © LPE(22:0) X
[©) A © LPE(22:1) X
[} Acylcarnitine(19:0) X © LPE(22:2) X
Acylcarnitine(19:1) X LPE(22:3) X
° ° ° LPE(22:4) A
(o] © A LPE(22:5) A
[©) o [©) €]
© [ © LPE(24:0) A
© [ [ | tpe2an) | X
°
[©) ©
° Acylcarnitine(22:1) Lysophosphatid
FA(21:0) Acylcarnitine(22:2) LPC-d3 (16:0) LPC-d3 (16:0)
FA(21:1) Acylcarnitine(22:3) X LPI(12:0) X LPS(12:0) x
[e) [} LPI(14:0) X LPS(14:0) X
[ LPI(15:0) X LPS(15:0) X
o LPI(16:0) A LPS(16:0) X
[e) [ LPI(16:1) A LPS(16:1) X
o Acylcarnitine(24:1) LPI(17:0) X LPS(17:0) A
© Acylcarnitine(24:2) X © o
24:3) X © LPS(18:1) A
FA(23:0) Acylcarnitine(24:4) X [} LPS(18:2) X
FA(23:1) Acylcarnitine(24:5) X LPI(18:3) X LPS(18:3) X
© Acylcarnitine(24:6) X LPI(19:0) X LPS(19:0) X
[ LPI(20:0) X LPS(20:0) X
LPI(20:1) X LPS(20:1) X
Lysophosphatidylglycerols Steroids Sphingolipids 1PI(20:2) X LPS(20:2) X
LPC-d3 (16:0) Cholic Acid- i 17:0) TFiz03) ry Ps203) %
LPG(: X Squalene Sphinganine(d16:0) 3
LPG(14: A Lanosterol A © LPS(20:4) A
LPG(15:0) X Desmosterol A x| LPI(20:5) X LPS(20:5) X
20_Hydroxycholesterol [e) LPI(22:0) X LPS(22:0) A
LPG(16:1) A 22_Hydroxycholesterol [¢] LPI(22:1) X LPS(22:1) X
LPG(17:0) x 7_Dehydrocholesterol _ (Pi1222) % (p5(222) %
[ Sphingosine(d17:1) 1PI(22:3) X 1PS(22:3) X
6] LPI(22:4) X LPS(22:4) X
LPG(18:3) A x LPI(22:5) A LPS(22:5) X
LPG(19:0) X DHEAS LPI(22:6) A LPS(22:6) X
LPG(20:0) x Estrone x LPi24:0) " [s(24:0) %
LPG(20:1) X i - LPI(24:1) X LPS(24:1) X
LPG(20:2) A Estradiol [ 1-p(d17:0)
LPG(20:3) A Estriol Sphinganine-1-P(d16:0) x
LPG(20:4) A
LPG(20:5) x Corticosterone Sphinganine-1-P(d20:0) x
LPG(22:0) x 177”"""’“:’“595‘9”’” Sphinganine-1-P(d22:0) x
LPG(22:1) x Pregnenolone
LPG(22:2) x Sphingosine-1-P(d17:1)
LPG(22:3) x
LPG(22:4) X
LPG(22:5) x Sphingosine-1-P(d20:1) x
LPG(22:6) A Sphingosine-1-P(d22:1) | x
LPG(24:0) A LysoPAF(1
LPG(24:1) x LysoPAF(18:0) Glucosylceramide(d18:1/12:
Thyroxine A
Triiodothyronine
Lysophosphatidic acids
LPC-3 (16:0)
LPA(L A
LPA( A
LPA( x
LPA( x
LPA(16: x
LPA( x
LPA(18:0) x
x
A
x Lactosylceramide(d18:1/12:
x
x
x
x
o
x
x
LPA(22:2) x
LPA(22:3) X ©
X ©
x €]
x
x
x Ceramide-1-P(d18:1/12:0)
Ceramide-1-P(d18:1/18:1) x
Ceramide-1-P(d18:1/20:1) x
x
©
Ceramide-1-P(d18:1/24:1) x




Z =

Fex D7) IS Y —ZRBFERERIZIB VT, IEREE ORERRR T, L o I
NEMOZIRETEMCL REL BT DB TETEY, HOEN ] L)l
RO BIRERMHOBREEDNEE > TWND, ZOXI RN =— 3 VTEATNEE 71
DERBYED T EDT=01Z, /™A A)V—"T" > NI OEKNEE 72 HBEE > AT L OFENLINA R
(272> T&E T, 2D, AMFFETHENL LTZERR U AT Ad, IRE A Z RN a—L0F M7k
AN D1 2L 720 LB Z B, MOBERD~DIEH BAERAL TR Y | I FRAYIZILAE
EpOMRE R MFIEED A U —=2 I Ra[RRICRD B2 bD, —J7, ETEMIGN
DEVIFEAT 4 =— % —IZB L Tk, BUROBRBEERE S T A R¥—5 >y MENTIED &
W7 Fa—F Bz b TEERTTT R 265 & Uz s = 7 — FZE (LB IRERRA ) | T,
b IO SRS PR A2 E PERRBRCH Y - E 2 EPERER e EICH M, FRHT RS A S FE O
NN « VY ) URE « A7 4 FIEHE - AT v — VER LIV AL, ZhbD
AH R T — LENT 2 W= 2T A VAT, 2014412 HRFAUTRIL, 000 fRiA & TRET
LTRY, WEREM X OEHRE OB 2 5% ED 5T ETH D,

Z

B - BEPRIA - DI 72 E13. BORCK L (B MERRE OB EuEM) & JiE 5iEo
BAEFROELLBEHT 5 Z EBRHLNCR>TETND, 2D DOEMIORHOTF5Ic &
F B, ZORIEMF DLW AL F~— I —DIE AN K70, IRERHEYD
I35 < OO FRENFIE L, Bkx RIBEFIK CIHICHFE L TWAHToDIT, MR -
RIENZNETCHRETH -7,

A TIE, ZNOOMEREZEET H7-DIC, IBEOMEBENR Y —F > b T 4 AHNY
—HD A B R — AENTIEE RO T LT Y XWX DA AN—Ty b —F HBEEY
AT IEDHMBEDE TR, TOREK, MEROFIEIZHITHREY) VEEREZ LV S
R EE N ORBFERCERBR T A FIRE & e o 7o, — . ME THEBNEMEDORWVIEE AT 4 =— %
—IZBLTiX, VA F¥ =5y MENTICE D mEENSERNRT T a—F 2l kBT, T4
MR 2GR e Lt aa— MFgE (LBRESRT) ) Tk, SO E MR O R R,
b ~lEF O O R 2B FEOREBARHY - V) UEE - AT 4 o TIEE - AT r—
VR EITRVIALTE, FERIIZIL, ZHUBIEE A X AR —Affirr —4& L ak— MEM O
fRFEIRE R L & 2 MBI T D 2 & T, AXRY v ZIEBEREZ XL O & T DRIAVERDO T
il ghig A A ~—h—%FEL, —KRTiHDWIEERKRZEIICHT2 2 812k - T,
f@FEFFfin Health expectancy OIEIZERA D THHEROMNL A HIETFHHITH 5,



X #k

1. WA, R EREEIRENZE] (X714 AV B ) 139 —43, 2013

2. MHATE. WO, B8EN% RE~—7—3RICF 720 € F I 7 20BN oE] (4
BrHLZ) © 501 — 512, 2012

3. HAIE. AW [EHEESN YA K7y 2] (Bl &if#k) 180 — 185, 2013






