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B1E Fim

L1 &R

E, REMEOMEOVLEENEE>TWD, ZHODORMED 1 DITHEKER LA H
%, KESREIREIX 6000K T, £IhbRH IS HFEOERIX, 0.2~2um ORIZH Y,
FDIZRNF—DREI L 0.4~0.8um DRIRFIITEP L TWD, ZHITx LT 300K ©
HEREE D> O SN BB BOWEFEIT 4~30um OFRNRERIZDH D, HIEROKKIL, 7]
BARE BB T 2 BFRIRITT L TIE, 8~9, 10~12um DERH & RO TRIERINT
5, ZHHORIUIKEIR, RDEVEOLERSINTIRD 2T RRPOBMERS .
FRZELIRFIE(COYR A ¥ V(CHy), BILTEBFRNONZ L - THEFRZ S TWD, EHE
HERED 1958 IR T Y v FRAWEFEFOX—Y L itk > T, NI BD=TF a7
D7 A Y B HEERRROBRIET T, CO, DR /2B /BRI 23BA%A S Iuiz, Fig. 1.1(a)id 1958
END 1998 FEETO CO,OENERLILLDTHD, ZORIEITIESBRNARIEIZ L -
TiITbh i, F, 1 FEOMTH CO,IEHICL > TEHL, EOHED X 51272 > TV B0,
—RBLThbhs X 5iZ 1958 41T 315ppm 25 1998 4EITiE 366ppm 272 Y, 4FE & L HiT
IEEEROICHEMLTIY, 40 £OMIZ Slppm LML TW5, Z0Ofh, CO, BEIZET
%75 7 % Fig. 1.1(b)~ (I~ 7T,

RIEEIC CH, BT ERIMERIZH 5, KEI TRIEOHHTH S CH OBEHRIE ST
B, ZORRNGHIT 0 EDX S 1700 FEE TIX 0.7ppm BET—ETho LHESH
TW3, & Z A2 1980 FiZi 1.65ppm & 720, —ELRFE L RIERIC 18 Hhd A & 8hn
Ligd -z LI TWS (Fig. 1.2(a)) [1.1,1.2], fig. 1.2(b)i% 1983~1999 ® CH, D&
EERLIEbOTHY, 1992 £ TIRERITHEML, BEFNRITH L>TWD LS
TIIH D DIRIEDEEIT 1.75ppm (12672 > TWAB, T, 1750 FEH L HEET 5 & 2 2L
LOBEIZRY, 1 ERTIZIE1%EML TV Z LiZ25[1.3,14], ZZ 10 F0 CH, D
Iz X 0 HERIRBRCICH 5T 2 EIG X BILRFED 38%ICH RO, Z OEFE OGR4
e IR I I HIBRIE R CICHE R ICER R EERE T Z i d E FRENS(LS,
1.6], '

i, j:é?\{t%t:m\r CH il OH Z VNl L T—BILRFCO) L EHEITHEEL T
W3, CHy & CO LD OH 7 VIV EDRIGIZE DB O OH 7 VNV OREBHEHEL
T Y. CHs & CO DEES, 0;%° OH T ¥V OEEEITAFE S 2 1B OBLEH O



FI1E Fw

BEiroTnd, RRICKITS CHyBEDO LR Z DO EHEDIX, RO OH 7V h v
OEEZHELY BETIE, MMENOKRILFOEEFIZRZ T LIz 5([1.7-1.9),
Table 1.1 1Z CHy DFEAIR & HBEFRIZOWTOME Z 77 77(1.10], CH, D KIS 13 B AREIR
ELTRMRLY v T Y| WL ABRFEOKBREN M, FOBIRO & 5 RAYRIEL
b0, T, REH AL, AR, AWML Vol /baREN L bHHEN TS, LZ A0
EORERNS EOREORNFEA LTV AMPEISHED ERICIIEHI LTV,

FIZT, BESFICMA T, FAEHFRISEELRREZIZR-TL S,

1274 Y FR=—4Hr L EROHTEH

BREFOYEEERT D EERETHE (HC,N,O,S,Cl72 L) ORERMAEDEFELIIY
HORRFBL/ROFEBRIIBWNTRMESHEZEZ L, BET 570, RMELEHIEER
EWEBOMBEERRT A 731 7 VBT TEDRE#RE L > T3,

oIz, BEIFETSYHE - 210X, ALEOEAEDREIZED ., BEDRERS
TA Y hR~v— (isotopomer ; [EINLAS THE) BEEL. T4 Y bR —RHERT2E4 D
HTENP L OBFREMALEDETHREL TS, LoT, 74 Y M R=—3BEYEDY
MR, AL, (DEFHHEIZIEOX I RERYE. ALWH. b5 WIHMeaRETH S b,
QED XS RIBRE - METERINID, QVERZICEDIIITEE L), WEDL)
R - BETHRERLTONZ00, LW ok BMRBRELZT&E LTV,

ZZTHEE WD R IEE L EERT D, R R IE

R=["CH,]1/[ *CH,4] | (1.1)
Fi

R=["CH;D]/["*CH,] (1.2)
LEBEEND, T2 THXIE [UCH, . REHPO PCH, OBEE TR, £ LT, SR

8°C=({["CHy1/[ "CHa 1 }sampie/ { [ "CHs1/[ *CHs ] }suandera— 1) X 1000 [%o]
(1.3)
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8D =( {["CH;D ]/[ *CHa ] }sampic/ { [ *CHsD 1/[ *CHa ] }siandara— 1) X 1000 [%o]
, (1.4)

TEEEIND, T 7 THEAERE L U TIXEBRICRRITIE V-PDB, KFRIZIX V-SMOW L\
HEENRRITHNTWS, PDB X7 A Y W EREY U A I v T A FM PeeDee B~ L 5F A
MEA (CaCO;) THY., SMOW [IEEAENH#E/K (Standard Mean Ocean Water) T 5,
Fig. 1.3 12 CH, DREAERFNZ, 8°C LD OffizTFd, ZOXHIRXTA Y bRw— (K
HFEETIETA Y PAR=—ZEAEXETHW, AZIZEALTHLTA Y PRe—LLTWS) F
HETZZLT, REBORBEROHENTREL 2D, ZLT, ZOXIRFEIZLY CHy
DBRARE DY K DBFFEBED SN TV B[1.12-1.16], TD & 5 RFFETHEOHKE
BET BI2136C T0.1~1%. 8D T I~10%DBERLELEZ LT3,
REIVAPET, AMAKOREICANSRATVWEDRERERMIF THD, BT
HRIa<w  TT77 14— - BESFFHILEHTIL LT < BMWICEERILFEYE & 15
ELTIRES AL TWS, HESIEHI X 2RI TIIRABORTLESARFR L2 - T
W3, T2k xiE CHy DFHRIDGFE, e L W IHEME L2 2 EFWE (CO,. H,0, ERAH
VIRIEAE, N,O %) 248, BRLATHERLARY, S5HIEREDOREHIINT
. BRESLELRD, £LT, §"CEZRETIHAICIICH % CO, IE#H L, 8D Tik
CHs & H, KB LRI ER B30, 20k, HESTTEIL L SRE TRRTF O CH,
BEBIT2HA. §°C TO0.1%. 3D T 1%DBELZHRE LRWEERDY | BEEF b
BElRoTWW5,

1.3 5 HFBE TR

TAY R R RB IR LCEDRFRE LCHNENFEREZ bRD, %
DEBSHEMTIX "CHy & "CH:D D& 5 REEBDIFEA ER—DOHTFEKBITEZE
HEEL <. UNMNO & “NPNO D & 5 B E o7 < LWHFROSFERITS = L iR
BThBIDTHB, LB, HIFHETIRR S A THIE, 2 ORI
RIS EC X 0 BIREIC BIORIER & L CKBIATHETHS (22 f), LoT. EESHF
HCRBETH T, HEWEDOSEE, B LB MRED SN HE CELER R B,
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>

DWFRIHFEDOER SO L L TRMFESBHRMARINE (ND-IR) . 2)7 — V) =E#HRH 55
i (FLIR), QYRR L —H—4KESNEF 55, ND-IR Tik CO, 0FHAITSC %
BIET 254, RINES PCO, & 7CO, &L THNTVWARDAEZITH B4, CH D X 1Tk
I RER > TOBHAITITFRINBRATE L 25, FTIR TiXSC 2RET2HEFTH
50, FEEODIR D (0.063%) ZRIETLIHE. MELEERTLIZLAEELY, ZL
T, RABR L —F =3 HE TR FRAFEROBRPEZ AV SFHERRBES LTV
[1.17, 1.18], CH, ®FHAITIZ 3.4um & 7.7um IR O EAIBEBHEBIERET D728, KEFTD
CHy DL 5 IZHMEN AR ZRET DITIER DX BIURE DO K & REARIREFH 2 H WD
ZEDBHNFEOITERERD, LEAL, ZTROORIETTA Y hR—T 21T 5%
A, BHET, BRLRAFRBLETHY, o, HEXOKREFLZGOET D DITRIEZE
FESELLTWS (Fig. 1.4), Bergamaschi &, FFRAGEIROBEIE %\ Tk HLHE
SN THAT D EBMBEDOE CH IZOWTT A Y MR —S 2R TNE R,
TH 7YV 72300 THY ., FAEEBANTHIE L TWA[1.19, 1.20],

14 EHEO B &L EH

RN L —F = HETOH 5 —2 D48 Th HEFRIAEE T, FARAEEIT LR
PAREGT R E < 20, RRAMERD & 5 ITHBR2EERBLERWEND TR, HIE
RHBHBEBHT DD ICREERELELE T, KR TOERASTELRS, k.
WMHEDOHBEEEOERBRIZI VAERINY TR, AIERELEDIRAWNREDOME
MRINTEY, RIUREB DR L 2Ho TEREFRIA IR L 25 A2 R D T
W5, |

LNLEBESAZ DT A Y MR—3 %247 556, TR TR < hiRA gk
DRPHZHNTNE S 5 —D>ORBIGEYEDOTFETH D, TITWIHIHEWE LT
BIEXBHEUNDLDOTHY, OTA Y hRv—%bEATVS, "CHL 2BET 55
&, "CHy i3 b bAA "CHD biiEWE L0 D (24 &), "CHD i3 "CHy 12l T 0%t
PR TWB o, L D BEMRRIRBZEEE L, £ORINET "CH,. "CH, 1
ENORTECER>T D Q2 8, £, "CHD 2RET 354, FEERERICE
wkb‘ﬁ%®ﬁ%%§ﬁ%@b‘%K(Muﬂ%ﬁ%~F@%ﬂﬁﬁﬁ%&ﬁéoGLK
IR & U TEARETE THDv:H 33um), voiy (7.7um) H3H 525, ERIREE
ELTEHRERETDDvH B4um), v & (6.5um) BFEET D, ZHbOREHDIRENR
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Ed

bW ORENE L ORBIRET L 2o TS, BHERTFRIHRESHD, Lo T, EXRE
DEEEORAEEBRHHCRAETH THIERE— FORIEHIKRE SHEEL., FITE
FAFERTIIT A Y bR =3 2175 FEERTEROKE S ORPREK 2 FF - 2RI
BBERIEBERAT D, PRIMERTIIDIBE, ZhbOERT— NORIES L
PDEATEY, FETIRIBROEBB LN TNDE D, TAY MRe—aF&2f757D
DRNROBIR b B ERICERTHZ LN TES, L L, ITFRAEK CIERE—
RORIVED R HBEATELT, ZHODORIBHLERGFET H1DTA Y bR~—5
oL S BREREREIHTONTIRPoT,

ABFFED BRI, EREERIE T 5 RRF O CH, BEFHRI[1.21, 1.22]°# CH, DRI kL
FHRI[1.23, 1.24) 2 RES B, ERMERTL—F—GREZHNTAZ L OT A Y b R~<—
SR HESIT D LI, MO TFIRBWTHLERFERERLTIZLILHD, &5
IR R CRER R R BB A DT 7 A N W5 Z L [1.251RREI IRV R
NERWDZ LT, EOBEWRTORP TOERFMARLEHTILDODORELZITI Z LI
b5, | '

1.5 AR SC DAL

B 1 ECTEIARFEOER LR o HERERILZIILD L T2 HRBREHROEEREL £
TEERERELLLTTA Y bR —2#, REROBEE, L TAREDOBNLES
Bz, 8 2 ETIHERMEETT A Y PR —F B ERDTHD A Z L DRI
BOBRIZOV T~ Tz, 83 HTHEA Y v ORKEMLEL (“CHy"CH, (67C)) ORIE
IZOWTIRA, 4 BETIEAZ v OARRMER (PCH;D/*CH, (8D)) DRIV TR
Rz, LT, ESEEFERE LI,



F1E Frim

Variations in atmospheric CO, concentrations on different time-scales
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Fig. 1.1: Variations in atmospheric CO, concentration on different time-scales. (a) Direct measurements of
atmospheric CO,. (b) CO, concentration in Antarctic ice cores for the past millenium. Recent atmospheric
measurements (Mauna Loa) are shown for comparison. (c) CO, concentration in the Taylor Dome Antarctic
ice core. (d) CO, concentration in the Vostok Antarctic ice core. (Different colours represent results
fromdifferent studies.) *(e to f) Geochemically inferred CO, concentrations. (Colored bars and lines
represent different published studies) (g) Annualatmospheric increases in CO,. Monthly atmospheric
increases have been filtered to remove the seasonal cycle. Vertical arrows denote El Nifio events. A
horizontal line defines the extended El Nifio of 1991 to 1994. [1.10]
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Fig. 1.2: (a) Change in CH, abundance (mole fraction, in ppb = 10”°) determined from ice cores, fim, and
whole air samples plotted for the last 1000 years. Radiative forcing, approximated by a linear scale since
the pre-industrial era, is plotted on the right axis.
(b) Globally averaged CH4 (monthly varying) and deseasonalised CH4 (smooth line) abundance plotted for
1983 to 1999.
(c) Instantaneous annual growth rate (ppb/yr) in global atmospheric CH4 abundance from 1983 through

1999 calculated as the derivative of the deseasonalised trend curve above. Uncertainties (dotted lines) are

+1 standard deviation. [1.10]
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Table 1.1 : Estimates of the global methane budget (in Tg(CHy /yr) from different sources [1.10]

Natural sources
Wetlands 115
Termites 20
Ocean 15
Hydrates 10
Anthropogenic sources
Energy ’ 110
Landfills 40
Ruminants 115
Waste treatment i 25
Rice agriculture ’ 100
Biomass burning 40
Total source 600
Sinks
Soils 30
Tropospheric OH 510
Stratospheric loss 40
Total sink 580
Imbalance (trend) +20
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'Fig. 1.3: Relation between 8"°C and 8D on methane source
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Fig. 1.4 : Schematic diagram of mid-infrared system [1.17]
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H2E TAY MR —BHITHNDS X 2 ORIHREOER

H2E TAY MR—BHITANS 2 ¥ v ORI OBR

TDETIE, KR OERL LT A Y MR=—4TITHW S CHy DRIRFRDOZERIZD
WTBRR S,

9. CHy OWIH & L—HF =2 DWW TR 5, CHy DRPHFDOFITITEARENG., 25
REH, RABRIHHEENHDIZ 2B, T SORIEEZAWTITOATE R CH, DL
—F BRI ONTHFT D, S HIT, TR & AFBUIRRIZIZ OV TRR S, mRER
ExERT DT OITIIAHBRRE 2 BEATOILEND DA, HBRRRICE>TEDL
NBBRPAREFIZONTRRD, €k, MARBRBIRERREFIC X > TRIEO F.0IT
BREEMEIT> TR, TA Y MR = 24T 5 L DITAABBURRIRE 3 @mikiE
FERBALLZ EE2BRD,

Wiz, Uehara[2. 11434278 LI ACABBURRRIR S 2 SiIRE B2 EME S TEIS Z L T, X%
BEICHYTIEERHELND Z L 2Rt BEERDIEICRT 2 ABURRR R S RIKE
BTt 2GR E L EPIREIC L 2B R RIS, VW ESD Lorentz &Y & K\
FEF30 Gauss BIRIARIZ 38\ THRIGRO 0T 0. 5 2 BFE O BRI 2 M
BRREIWICL Y, HFEREICHLT 2E 5O MAABBRMRIESE 2 SfKkESZERES TEHS
TETHELNDZLEFT, £, BWENEEWVEAITBWTE 2 SRS 5IRE
LIRS OB R N A TREE & TR OHFME TEME L 7z,

Z LT, “CH,/ ""CH, DRIEITHE R ZNENORIRDOER, “CH;D / “CH, ORI IZ
AWBBIBROBFRIZONTIERD, GHELAZ L DOT A Y FR=—oF 21T 5B4.
ARSI T2 < HRAFIKOBAF 2 VTS EBAO DI ERHDOTFETH D,
TZTWOEWE L ITAEMEYEUAD LD TH Y, DT A Y b Rw—Z2HFTAT
W3, ERREEHOEREORRERESHORASREH THIEKRE— FORIHEI KL
SHFHEL, BICERNMERTIIT A Y MR=— 2T 556, BEHRTERVAREIOR
R R > DRI IEF I ERIFET D, LA LEFRMEKTE I OEmKRE— RO
RINHFEDOIHPEATELT, 74 Y PR—DO X 5> REREEREfTbh T 2n
27z, ‘

E7e, BMIBTERIZEAIC L DML, HBMBVES (200 hPa ~ 1 5UE) T 1 &
DRI TS = EACE, BIRUER DB LI L —F— OB R DL ELA TS
HETH, BWEH T (~ 100 hPa) FHEOBPHRIZHH L TLUENWRENLS TERWEE
b3 B, "CHy/ "CHy ORIEIAV B RIAROBIR TIX, BAEFISE O HBHIBE OF VR



Bo2E TA Y MR—FICHNWD A2 ORIGROER

B2 BB REZBRBREICAVIENENTOREDRE L KRFDA Y VT ARELE
ERSBIEZTAEDICIE, BESKLERZD, ZOLEAVIEVWEHNTORUEDEHE
ETHITTHERD,

BFETIET A Y PR =W EERNAEIRTITO LDOFHLZEE L, ZhbHDO5MH
ICF o THMR A EIT, Bole BN ORBEE RS, ZORER, 1 RIEMETOR)
£ TR % Lorentz BUDR AT E B 7%, HMABBRRIEE 2 BRRESNENOLES)
Wk LTS 2 W E W E A ORIGE Tit PCHy DRI ITIE 2vs RG)ER. RERD FEERR, R(5)
B, RQBOIEIZELTE Y, "CH, DRIEITIZIRG)HRE ROFEBE LTS Z EAHEHL
o, FLT, RRFEOHLERBZENEHORE T, BIBRITES & L HITIREDOE
%5, Z0EE, TAY MR—FHUIZTIHE. REORTFRIZFRA—ICT52&T
BEOCHELMHETIZLNTEID, EASZEBRTHLEEREOFHRAS FRISNS,
LoT. ZOEEHIZ 2v; ROBOBRIRR BB ETH S LR LTz,

2CH;D / “CH, DRIFEIZ 5 TR OFER TiZ “CH;D O 2vy "Re(N#R & ""CHy D 2v,
ROBEOEIGER B BB TH B & Fiw LTz,

21 AZ ORRHF L L—H—

YWEIZIIE DR DN E RIS 5HEERH D, CHy DHFE . BRI TH D EARENT
RS> F) & LTy, 8 (Gaum), v, & (7.7um) BEET D, SLIEROBEEL
LTEEREHE THS 2v,; 8 (1.7um) RREREH THD5v,+2v 4 (1.3um) HBFET
GR |

EAXFEEHIIZDOOTHEWEH L L THLNATEY ., HiZv; TFORPBLED 1 Dp
3.392umHe-Ne L —HF—DHEFRIZ—FKT 5 Z £ 5 1965 & Moore IZ L > THHTL—HF
—H ORI ZFIH Lz CH, OB REENZ[2.2],

He-Ne L—#—0D X 5 2R ME L —%—R YAG L—F—0D & 5 @i AV izcEE L —F
—DORIBERITZIEALE-ETHY ., EREAFFEREEAVTEREREZITDRVERDY
EEOEREE2BIZLIXE LY, —F, YEEL —F—IZORFIIHTERSKRTZD
LODRERERS = L ThIREDETRIREE SRS TS AT, FMEOM
REEZDZ LT 04~32um DREBTRIESTETHS, Koga bILHkH He HHD
7.4umPbSnTe L —HF—% BT CH, BERIE S AT A &R L12[2.3],

FIRENEFTRE/2 B L — 3B ORISR 2 5% 5 & 2um fHE X Y EWEERD b
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Ho2E TAYIR—DIIZTHND X ¥ L ORIHRDEIR

DTHB, ZOEERIZED & CHy DRIUIEREHOBRSREIH & 7225 12 ORIREIE
DY INEL 72D, o v, HOBRBREEZ 1 &35 L 2vif, v +2 v O RINGREIS
FNEN1/25, 1250 £72>TLE S, Inaba 5 1.3um F£72i3 1.6um O LED &7 7 A N
ERAWER CH BB AT L% % L72[2.4], £72. Mohebati 51t 1.33umInGaAs 2% E—

R L —F— B W ESRINEEIC X5 CHa AR Y 2T A& BEFE LTZ[2.5],

PEE X W HBEICHNON TV 1.3um & 1.55um OFE R L —F— 2B & BERAR
TLNINPUADL—YF -2 AFTHZLIRETHY . EEF T CH, OmBREFHROD
12 1.3um & D 4FAI78 T (distributed feedback: DFB) Hi—%— N8k L —F— 52z v
AT LAORFE AR Lz, LT, 70 Y REEERAEIRM T DFB FEE L —F— it %
Bith L7z Z & T 1.66pum # D DFB $EE L —F— 2 W T .CHy B LU Z DO T A D&k
BB 21T - 72[2.6]), THE, XBEEEOMRE L L HIZZHIT 1.48um, 1.64um OFIKTH
SHIFE (distributed feedback: DFB) Hi—%— REEHEL —F—2 I LD LT IHFERT
DEBIZATFAEL Y, I OICHAETIE, 2um 28 28 E THRFERFBLAFAREL
Role, THITE D, CH7Ei TR < N0, HoO IZ DWW T HIRKRIZ T A Y b~ — 534 0D
FREEEDTND,

2.2 B UUHR & ALARBURBR B

WD TR RREE & BT B I DI AR BRI 2 AT AL ESN DD, T TR
AR EREE AW,

BREEROLERC L ) ARBERS NP ER L — P N2 T AFHKICHE L, &@S
FRRIBB TR, ZToBAES» S ERARE f OMHBRREEARKE S L & AR
BREE 2 EREES Lk e v /A VT 72X V1T 5, Fig. 2.2.1 iX DFB 8k L —
P—DBREZESHDZ LT, ERERIILTRE LIz AR R RO KRETD R
X7 INVTHD, KD@). (b), (ITEFNENEERDES Ipc. Lir & L 2777, (a). (b),
DB LVIBIZE > TV, MERD L, Ipc TREERIL DA v —FDOH IR
IARDOM BB DBRETH DM, LI TIREREBRD 1 REOTEAPRIZEND, —FH, Ll
SHREEIERT SR E ATy MR LB, LTl Ioe O 2 KBS L 7Y, A7
Ty MT Lellle_Z MM EL BIBROFLTE =27 ER-oTND, ZOTHERNE
DEBEAEEZBIRIICIT yEAVD I ERRN,

BAD Ly %2B51HIZiX, L—F—ORRARKERIEROF.LE RS ELLENRD
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FT2E TAY MR—BIZH WD A Z L ORI OER

5, {EK, CHy OBERIEIZBN TR ;04 72y FE2IRYBRE, BRIROFLERD
L DY v 2HY) 2 EEX ZHVT, BRIGROFLICRIBRER LI E T,

U L — P TR DO AL X v v PN T 5 B FEFEIC L Y BIEAREA T
35, CORTEAEEZRD TWIOREFRELZORBERKTHD, Lo>T, L—F
—RTREEZENMIFEDIZILENTEDLINF 2R FIZEL-T, HOPLDL—F—DHEK
BREEBTA2HAORMBMIEICRELS. L—F—0RFRELZHEL TR, AK
BERLIL—YF—HO—%E, TOVRAEZHALLZREVIZEL, £OFEBEE K
HBTRT., ey 24 0T 7ICANL, BERBRRERZIT), 2O i bA 7y 2R
DERWERIZESHTHEEL, Th2REEFL LTIV F =R FILT 44—y 7 LT
V—F—RTFREXHBEL, L —F—ORIEREREZORIBROPLIEELT S, Z
DE KB LT L—F—REHREFRIE L, ZOFEKD Linb IV AORHEZE
TRoTWE, LIL, 7TAY PR=—=GHFO LI IS HIEREDHRAZRZ 251D
I Il X AHIETIE= e o 7 ) IR EL—F— DR FHHOTZOREMEIZRIT, B
ErBl I LARETH T, Z0kH, T4 Y bR —FRITIIAAERRRES 3 &
WfE5 L2 VW2, Fig. 2.2.2 13K L7z Gauss BURINE S 2 FUEHEIC L v RDTZH D
ThbD, E6IZ, Fig. 223225 I3FNFN Lin L LiiZRDEZLDOTHBD, Lild Lk Y
HLILIATEY by SWedF Tty MrERYBRSLER 2 RIPHERO F.047
ETOBER L LY BATHELD X VHEESNEL 25T 5,

2CH,. “CH,. CH;D @ 1.66pm #OWIN#ED FT-IR A~22 kL% Fig. 2.2.6 773, CH,
STREMEEEOF L CRFAHY . ZOXAREIC4DOHFETHEHY | KAREBT
TRV MNERRY, LAL, IRENC X DRSNS & [EERITE R § 2 RIHER 238
BEhd, Z0LEEEOREFRICIGERAADH D, Al=+1, 0, -1 DRELIFSNT
BoT. ERER R, QB PR EVW, ZRENOHRI#HE ROFR. QR PU#R &
FES, "CHy ORI & PCH, DRI L & 82 & R L, QL. P AROEB ISR
ThBHHB, FRESIROZHIT "CH ORIVRED S BEE R T T3, Zhit CH,
SFD C-HFEA DR THIESS PCH A TREWED, BEIOZ RV X—BKE WD
b3, | |

C&Dﬁ%@%ﬁﬁC&ﬁ%@Hﬁ%@10ﬁ§K$DKE%ﬁbot%®ﬁcmﬁ%
WZH SRS T VWD, Z O DRIGRIZEEOR T T & K AW T "Re()#R (AT =
+1, AK=+1) DX D IZRKLSND[2.7],
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@ be————"

(®) Ii¢~

Signal Intensity [ a.u. ]

O (© Iy

Wavenumber [ a.u. ]

Fig. 2.2.1 : Absorption signal, (a) Ipc, and phase sensitive detection signals,
(b) Iirand (c) Iy
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Signal Intensity [ a.u. ]

-4 -2 2

Wavenumber [ a.u. ]

Fig. 2.2.2 : Normalized direct absorption signal
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Signal Intensity [ a.u. ]

—-q -2 \_/ [ 2

-0.05 |
-0.1 |

-0.15 |

-0.2 L

Wavenumber [ a.u. ]

Fig. 2.2.3 : Normalized phase sensitive detection signal, I;¢
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Signal Intensity [ a.u. ]

\/ 1

-0.15 |

-0.2 Lt

Wavenumber [ a.u. |

Fig. 2.2.4 : Normalized phase sensitive detection signal, I
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Signal Intensity [ a.u. ]

Wavenumber [ a.u. |

Fig. 2.2.5 : Normalized phase sensitive detection signal, I3
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F2E TAY MR—3FICHWS A2 L ORIGEROERR

23 prARBURIE 5 L R EIRE

CH, IZR1T 2 BB COYBENX DM A LEED 5 LT, MEOBEREHET 512136 %C
T 0.1~1%, 8D T 1~10%DIFENLELEZ LN TS (1.28), 20X 5 RBELSH
RFHFETERTI25E. MARBRRES 2 BRARESICL > TERENENTETDH
BT L& 22ETHRA, —F, HFEE (D) BRH/IERVEE, Lambert-Beer Dk
A L 2 F @A exp( — D )BT LTUE V), Bl V6T0E A3 65 B B Uk B
(Absorbance) LEHE, HBIL2< 2D, Lo, MAEBRRESE 2 ERBESIT TIRE
MAELFRIOX S @ ELZESR T2 LN TERY, Fh, JCHREE L BEOBREZN
%%%Kﬁﬁﬂﬁx@ﬁgkEﬁK%@énétb :n6KowT%%%EMiKBm
TIREELZTIZR L0,

ZOHITIX23.1, 232 T, BREFSKICRIT 2 ERHIIE T ONEEE L ETHERIC L
5 R HERAYITIR < 5, Wahlquist[2.8] & Amdt[2.9]i% D << 1 TH 3 55\ \RIX ORRERIZ I
T Lorentz BIRIARITK T B IR KRB A T Lz, L, ERIZBONTEER /A4 XD
bai@EtT57c), RFRELHOTLERND D, F I THEEOLFEE TR L TRIY
BRO L TEIRIRAE 5 OIRIE & fRHTHY & BAENICFHE 24T 5 23, B\EH D Lorentz B & I
WD Gauss BIOWHFITRWTER T D, % 0. 5 2 B OESREBICST 5 @2
KHZ D OEBEERMALE LTT-72, ’

233 TIREWESN LIEWEAIZBWTE 2 BRI DIEE L ES OB L Ytk
& EARIRIE DRTFEH Tl T 3,

231 B ONZEGRE L ERIBIEIZXT 5 Lorentz Bl & Gauss B O{EME B E B OBRFTHY
RH
Lambert-Beer DIERNIZEKNITEREE L OB 2FB L2 — ADREIT

Kw)=Ipexp[ - (o)L ] ' 2.1)

ERBFEND, ZZIZBNT o)L EEEIHETET 2 BIURECT Lorentz % T
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H2E TAYIR—DIITHND X F o ORI DOER

aA®) =aof /(@) +7" ). 2.2)
Gauss U Clk
a(w) =agexp[-In2 (@) /7] (2.3)

LEZOND, a(o)l IHFRETHY . n3EEETHS.

f<<yTw = +acosft DX 5 ITEAEEK S TERLIEE AR 0 KETFEE S Lor)
X Ko)D7—Y ZEHETH LD, Wahquist[2.8]& Amdt[z.9]m§5b\%€w@3§ (a (@)L <<1)
IZ31F 5 Lorentz BUDORIARIZH LTI DX 5 REHELZER LIEED n 2% LT LAw) DR
WHREE 52T,

ZZ TRV —OFLEERe, TRIGROFLaplir v 7 SRICHEIT, BIBHRF G
TOBEE T DEBIRIE Lol DWW THEHR L, ZHLAE Lorentz B! & Gauss BUITxf L
T hyt & byS ERT 5, ZhOEENHRT

It o [ cosznvexp((-D)/(1+ 4% cos2x) ) dx 2.4)
0

Ly o< _T cos2nx exp( - D exp( - In2 A* cos2x ) ) dx (2.5)
0 : ‘
EREESN, TTITRBWT A & DIFEREIAEXHIETHRIE & ©— 7 1Z8I1T DIFERET
A=aly | (2.6)
D= al @.7)
LEHREND, 0B Lf & L LRI MR AT - ORI T R T
H5,

D DEEBEREZRQ4). QHDEH/IOVTIT, FORIUER (D<<1) IZBWTD®
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2T TAY PR —DIITHND X Z U ORIGROER

BIERIZOWTEZTERT L. R

Iof < 1-D/(1+4*)"?, (D<<1), (2.8)

Lf o« DA/ (1+4)2 (1+(1+4)7), (D<<1), (2.9)
ERTZLENTED, RQ28). QITRITD L, O 4 2%+ BEFMEIL Wahquist]2.8] &
Amdi291E —HT B, L, 1T ABNENI BT ALITHAILTHEML, 4=220¢: % KX
ey, ZO®BEBLTS,

FIERIZ Gauss BIDRINHAR T 5 (2.5

I o« 1-DI(In24>/2)exp(-In24%/2), (D<<1), (2.10)

L o« DI (In24%/2)exp(-In24%/2), (D<<1), (2.11)
B, LI n ROEFEINIZRyELVEETHS, 2o DEHFOBIERNZELIT Lorentz
RRIROEFN LR TH 525, BAEE L BT LS T4=21 L7225,

HLIVEDODWBBTHBE/NSWER L<<1) IZBVWTIEHKQAHLQ2S)TEXDniTxtL
TADKBKROBELZINED, LoT Lt & L) LiIZFRL D OERFEHE2RFDL

If I < exp(-D), (A<<1) (2.12)

L720. LF BOICRT bKIERK AR E F L 2 Y

LA LS o< AADexp(-D), (4<<1) ' (2.13)

7B, ZTOXIITA<<TIZBWTE 2 REREEB I D /NS WE XL DICHHIT B
D BRKRELZRBITHEVEFIEE exp(-DWC X > TDIZRTHHBINLTRBE L, DVITIEE
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Ho2E TAY MR —DIITHND A FZ L ORINERDOERR

35,

2.3.2 REFE B OEROE O OE 2 BREE S ORBIL
HRAHLQHDEENICIVEEDOD L AT LT L & L E2FMTHIENTES,
Fig. 2.3.1 13 I/ D 4 \Zxt9 % D OEEFHEERT, Iy ORFZIRIT IR X 2 EFHRE

I LTHAEW, L @ DRTFHEN Fig. 2.3.1 OF—0 4 OfEizxt LT Fig. 2.3.2 DERT

FERD, LALEBRSEMPREIAZIVAITHLTIIAEY, LE LETENER I

b EFUKERREDENET D, L7 I OWTHI Fig. 2.3.3 OERTRT,
éf@%%&%%ﬁ@ﬂ@%ﬁ%@énéﬁ‘%d%%&(mD%%K%?%%Z%%

FEEFDOKIINQ2.12). Q1I3)DERY 4 << | ODFREMESEER LI D ITHAITS, AD

EEOMEIH LT ORFINEE RAT2HIT L/ L) DHEFHEL Fig. 232 DA TRLE, Z

NODEXZIEZIZBNTHIRE LS ILR->TRY, A DKEREIZRH LTS DITHT S

BBILENESIZEA L HBITE Z L2 EKR LTV, RIS Gauss BURIGRD L° / IS

# Fig. 2.3.3 D AR TR,
IIRBWTHETASNLZ D 2BHTHIT L /I R0 L° 1 1y OBAEIC X 5 Z ORBILE

BWT BD)2EHET D, BOWIFHOERIUBRICRWNTHEENIKEES2E2 D LE D<<1

R LT BO)E 1 L35, = ORIHOMEbEFIHRBLEORAN AR E R LT

A, T2 213 4=05, D=0.1 D4, B(D)—1 1% Lorentz &, Gauss BUIx L TENEN 3

X10%, 8X10° &7 5%, ThE A4=0112FT5LD=11TBVTE 2, BD)—1iX1x10° LA

TThs,

DB/hENEEBIIBEE

B(D) = ﬂgu (2.14)
L72D. G AWK B HAUREK TH B,
R LOFHIDREORLEIIRS 5 ERBRICB N THV SR TN A[2102.12), <
DRHEIT, & BIHBILAMIBRIT SHRICbRRAD S T L AR LTS,

IHE TRAEBEIIFOVRMER TREENS LRELTER, b LIRENKFRE D,
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T2E TAY MR —BITHNE A2 L ORIEROEIRN

THOIBEETRAZL > TR IRDONS A, HERTIE BD)TIZ2< BD) / BDy)TH Y .
EDRE D M Dy IV E > T3, R(2.14) &V

B(D)/B(Dg) = 1+&E(D=Dy) (2.15)

2D, ZOFERIID /Dy & W b HFREDED Dy DL BNERNHD Z L EFLTNE,

RN LR RN RV Tt F—3B O R 2 FHEDORIERD D OEEZ KD, L—H
—HFREED & 5 2 AR BITARTF T 2 ER AT 3 DI 0 D OO %2 B ORI
PRHL S 5T B BBHEA 21T X o TR LTV B, R OMTER T3

1+ &((Di~Dy)—(Disi—Dasi)) (2.16)

DEIIROEIN.DIERABD | FHORIRONFIRETH ) Dy \IEES ZADOZNTH
%, NQR.16)IEREEFRME LRI ORERELX 525 b0 THY

(i) TR AR 3 [RIRR BE DSRS0

(ii) B AR A B FEREORAEL L BE A FFO
RE Lz B, ’

2338 2 ERBREBICRBITIARELEHOESE
Dl ADEITHAB T AOBET LEHDPIEKFETHAZD, E2ERBERIIZALOE
BIZEFLTWS, BETIIRAEpZHIEICL VERET D

p=n/N | (2.17)
CEBETHEnIIFEHTEAIRTOREETHY ., NIRBOLSTFOBEEDEFHTH A,

TR IURE | a(w)dw biiﬁl(2.2)}: (2.3)& Y Lorentz B! Tlidnapy 12% L < Gauss B Tid(n/
n2)"? oy il LW AS n EBBO FEMOEERDSE FICHAI L, ROBEEL,
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Ho2E TAY IR —DIITHND X L ORINEROER

D o nFLIy (2.18)
BONCHEBRKE P=NLT LIRET S &, RQ2.17)iX

n=pPlkT ' (2.19)
Liph, OFTT & PICRI 2 EIE yDARTEEIIR W O3 L IBRWEH OB TR
S>TN3B, [ KWEHDREHZ BV TRIR DL Doppler LR D728 Gauss Bl L2 b, Z Z
BN TAL TIZORMEIFEL

yoc T2 (2.20)
LB, EENEDSBINBRIES Y OFEZDH D L7255 WES TIIRINE DT Lorentz Y
LB, ZOBE BIGRIEN Y ZHET 5 —RERET VIR, y22BEE N LoF
DOEHJEEIZ I T2 LIRET S &

yoc PIT ' @21)
BNEMND, FIZTIZORMEE TS, CHiOX D REKa~<BMYFTIX FIX TITERTFL

Foc exp(-E/kT)/ T*? (2.22)
BEGERE Y, 22T ERFELOBRE=IAE—Thb, D L ADT, P DEEMIL
K(2.19)~222)2RR18) QRO EIRATHZ L THELND, BIZFHWVRINOBBTIE T

L PO LfE LS TR B RIF L

Lt o (pF/T?)y A27(1+4)? (1+(1+4)"7) (2.23).
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L o (pFP/T™?)I(In24%/2)exp(-1n24%/2) (2.24)

CERTAHIENTE, ZITFEARTEPDOELLY—Fh, ERITEFITEEL T
W5, Gauss IRV T, AP ITIIKGE LRV LA PICEERFIT S Z LI
B, —H. LT ABBUTPIURFT DD A<22 TP OWD & & bITHmT 5,
INE DENHRHEBENCBNT T & P ONEEZHERT D, HHEOZHIZN(2.23)%(2.24)
WEAT 556, FORIMBRTRIHE S, KOO T & P OKEEIZRMEL L 202
DOEIROEZL r iZBWTHEIND, BRELTrid TORKEL

r oc exp(-(E\—E)/kT) (2.25)

ElRD, ZIZTE ¢ EEIBEOTFEMOEEEZRINE —THDH, ZOL I IZHB EIEEY
ADEEZEATIAr B XL

Ar/r=(E -E)AT/ kT (2.26)

% 5. % . Bergamaschi 512 & 5%%&~&#5[2.13]'0 Z ZIZRWTHIHWRIUSRR T P DE
LIZ r T OB E 220,
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100

LERSLBLRAS

A=2.2

1

A=1.0

=0.5

IMLﬁdnwrwm¢
pd
<

L lll'lll

A=0.1

¥

10‘2 Ll ol gy

102 10! 109
D

Fig. 2.3.1: Dependence of the zeroth-harmonic (dc) signal of the Lorentzian
line, Ios, on the optical depth D and the relative modulation

amplitude A. [2.1]

— 30 —



H2E TAY FPR—BIFICHNDS X Z ORI OFER

10t

L j l'llll' LE
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b
(=]
-
EEE B G ER Rl

3 ¢ 219l 1 raaaul [

109

-
<
[\

101 _ 100
D

Fig. 2.3.2: Dependence of the second-harmonic signal of the Lorentzian line,
Ly (solid lines), and its normalization by the dc signal, Lot
(broken lines), on the optical depth D and the relative modulation

* amplitude A. [2.1]

— 31 —



HW2E TAY MR —DHITHND A H o ORIHEDRR

1 3
AY
N\

T T TvIvi]

LBLRARLLL B

lsz or szGllofG- (relative value)
s

T T T IT 0]

102 101 100
' D
Fig. 2.3.3: Dependence of the second-harmonic signal of the Gaussian line,
I° (solid lines), and its normalization by the dc signal, L%/
(broken lines), on the optical depth D and the relative modulation

amplitude A. [2.1]
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FT2E TAY PRe—DHITHNWSD X% L ORITHRORIR

2.4 °CH, - "CH, TR DOBR
V=P =D HEELBNTT A Y MR =T %7 I HE. BolieBRBROBRIRE § <
ETHD, TORMLELTNLONEXLNZN, ThLEFIET L

1. BRELEL—F—REREONDIRIBEEETHD Z &,

2. WEZHRTEDLIRBHESBRTEOIL,

3. MHAERBRE— FOBRIEROZED DI NBRIHEATHDH Z L.

4, HOTADOEELEZITROBRIETHDZ &,
ZThd, LR ILBIV2EMLATH SR, 3., 4ITHEENFRETH D LOMLE TR
B, BER EEEERD LEBIRVNEI BHELY,

CH, DEBE . 1 AORYHRD L 5 BRI SN AR TH > Th, BHOBDIRIER Y
BoltbDTHIFENDHD[2.14], Flz, BPHBRITENENTH - THRIBROPL LY
HOEER -7 Gauss BOER D 2 b D, [ERXHTFOEEHEN —KIC
Maxwell-Boltzmann % #i% LT\ 572 ®. Doppler 215 CRIVABIENB2HTHD, &b
W2, EABER-TLDE, FFHIOERIZK > TREDENTHEIT DESILD D B8
HEhB[2.15], &->T, KERHEWES (200 hPa ~ 1 KE) T 1 RORIFRTHE S Z
ERTE, BRIVEER ORI —F—HIEOHERDOLEMNTERFEE TS, EVES
TiX (~ 100hPa) BEOBIFRIZHH L TLEVWREMNTERVWEELH D,

Z O TIHEABE NG E LIERWIGE ST TREGEROBIRICOW TR S,

24.1 EARBNEE
56 A TRNC TV OB R EE O VB R TR R BB R 1T BV T, RS < 72
B, 1 [RUEIDEVIREEDIZ 5 BPIEICERE B RV, 233 TRLEX I KEWEAIZBW
T Lorentz DRI DR NA T & Sz, AABBURMRIZE 2 mlRE S IXEH DL
MUTEELRTHILBTES, £, HEDOET., 1%RETRWEGIZIE, L—F
—¥#R% 1 D0 DFB B L —F—2 T, L—F—FTREELE 252 & T "CH, & PCH,
OFNFNRORIGRIIEREEINFIREL 2D | HFEREKBIZORLFT DI LB TES,
2C & BC OHRTEELIT 98.89 1 111 ThH VY, H & D DHRTEELIT 99.985 : 0.015 TH
B, LIetsoT, A4V RLAO BRIEIERI
">CH,: "CH, : "CH,D = 98.83 : 1.11 : 0.06
T, FRLANDRGES FRIET > LD, BRI TS, 20 3 BOFRMESFHEZT



®oE TAYIMR—DHITHND X7 L ORIROER

REETD, . BERKOTR B4 PCHy £7213 PCH, TH Y, CHD IXHE L T
2,

ZZTES, "CHy & PCHy DRINA Y MAIZER LT, W& ORIEROER Y 275~
5L L HICRURKERIET D, & 512, "CH:D ORI E DER VI OVWTRITT 3,
Fig. 22.6 IZBW\T, "CHy & PCHy DAY bARS | HWVTEEE LI BIROME S
E¥BPM@EY LEZLND, LAL., SBENSTS TR, BRI E EOREER >
TWBNTEL bRV, 22T, EEIZPEERL —F—I2X > T, FRLFORIER
HETERBEDOARY MERIEL, BMERTOILERDD, ZNHIZTOWNT, KD(@)~(d)
D 4 DOERIZDNVTDORB,

(a)1.663um FEIHK

AR L —F— DR R A EERATEII L&D, "CH, & “CH, DEAREHCH, :
57.5%. ""CH,:42.5%. 2&JF : 1 ZE)DEHERINARY M % Fig. 24.1 137 F, £25%
AT, PCHa D Q KeD— & R(OFR. BI U PCH, D R(DERE RQBTH B, FHIRD
FLCOFEEED SRINUEE EZ KD S &, "CH, ® ROW#RIZ 0.030 cm’atm”, “CH, ® R(1)
#1% 0.043 cm’atm™. RQ)##iZ 0.11 cm'atm™ 2725,

Wiz, PCH, BB 99.9%) & PCH, 3B (FIEE 99.5 %) THEH O 2f B A7 bV
BRIE Lz, FOFKERE Fig. 242 127%, "CH, @ RO E "CH, ® RQOBOMAE DE
WCHERT 3 &, ZhENOMNE TOME DORIMAEDES (UEINEZERBES LES) X
DR INE W,

L L, BRESAER2ICRVDIT TRV, BEEEOKE SEHARY . ZHER
LkE &DEREE 25 TORMEOEMBE 2RI OVTEHET S £, CH, R(0)
BIZOVTIE 1%, PCHy RQBTIX0.1%E R o1z, Lzdi-> T, ZORIGROMAS O
i¥ PCH, 2 MBI S TLRBOREITE N TV B85, "CHy 2MEBIZE LRI IR M &
rnz s,

. "*CHsD DI Fig. 2.4.3 IR T X 512, ZOFEBITEL /B L TRV, “CHy
RO & BCHA,RQBOWTNE B ER - TWS, £, KMFIZREZDT 2, ZOEEBRO
LCH,D AR T B b3 ORI FREIE 0.008 e atm” TH B,

(b)1.660um FHIK
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Z OHEERIBIZH B 2CH, D RO & PCH, D RGBT DONWT, FEROBIE 21T o7z,
" 8% Fig. 2.4.4~Fig. 2.4.6 \ZR T, BIUREIT PCH, RS 0.050 cm™atm™, CH, R(3)
#3028 ematm™ T, BEIIFHIAE LV, O L, "CH ROMOEE TORBEFIHT
BEMHEEIT 0.03%LLF LD T/IhEW, Lies->T, “CHy DRBE L IERHICRYD 5 DI
FHHICH LB THS, —%., "CH ROMROBBREFHMMEL %L K&,

ZOERIZH, “CH;D DWW Oh DY RAABICERITE, £0O—8A "CHy. “CH,y
DRI & B2 > TWb, Fig. 2.4.6 TREZD) 72 "CH:D BIGROBIURE X 0.017
cmlatm” TH B,

(¢)1.654 pm FEIBK

Fig. 2.4.7 & Fig. 248 1R+ & 912, Z DR TIE, "CHyRGHR & "CH, RGBRDOBIN
BRI DIITKE <, PCHy ROBOWE TORBEZIINE N, £z, &L H "CHD &
DE2 Y EH D, CH:D OBRIUEEII/NE W, Likesi-T, EEED CH, # & trik
DHEEITIIFEIZRVHASDLETH S,

(d)1.645 u m FEIK

" Fig. 249 1R T & 912, ""CHy ROBUIMAEIE RN/ S < 1 RE THE-—DORNH
ELUTHR & 1, BIOUREIT 0.33 cmatm™ LD TAE VY, —J7, PCHyR@EDOHHITK
2 1TRETHWVL ONDOEBBIZHPNTEY, 20 128 "CH, RO L E > T
%, La L. Fig. 2.4.10 ® X 51z, “CH, REOBROE bRV RS2 #R(0 EMOHLE TD “CH,
mﬁ%ﬁ%ﬁméwoik‘ﬁg2A9f%m%oHtWMQ®#ﬁD%wwWﬁ(&W
£50.03 cm'atm™) 23HB—F., "CH R(6)#R. "CH, REMREDERV TRV, Licpio
T, PCH, DIRBEREICE LB TH S,

7238, Fig. 2.4.10 ToAREFEEBIZELEAL 1 KMATITR>TWEDIE, TLELEID
L—F—TIBEERAPEBIIRE VDTS,

PLEDRIEN DB ONZT — % % Table 241 12 & DTz,

BT S L, T 4 DOBRFRTIE, "CH, OREIZIX RO)E. ROBMOETR, R()
. RQBOIFIZE LTI Y. ""CH, DEIEIZIX RG)HR & RORAE L T3,
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Table 2.4.1 : Characteristics of "*CH, and '*CH, on latm.

Wavelength Line Absorption Remained Overlap
[nm] "2CH, CH, coefficient Signal with
[ em'atm™ ) [%] "’CH;D
1662.3 R(0) 0.030 1 ®
1661.4 " R(Q2) 0.11 1. 0.1 o
1659.4 R(1) 0.050 4 ®
1658.6 R(3) 0.28 <0.03 e
1653.7 R(3) 0.27 0.9 o
1653.1 R(5) " 0.21 <0.06 o
1645.6 R(6) 0.33 9 X
1645.2 R(8) 0.11 <0.04 X

@ : overlap exist; X : not exist
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"2CH, R(0)

BCH4 R(Q2)

BCH, R(1)

Intensity of transmitted laser power [a.u.]

12CH4 Q branch

0 1 1 1
1. 6643 1. 6623 1. 6614

Wavelength [ um ]

Fig. 2.4.1: Direct absorption spectrum of "CH, and "*CH, about 1.663 pm by using
DFB-laser.
Sample: *CH, ; 57.5 %, *CHs ; 42.5 %
Pressure: 1 atm
Pathlength: 10 cm

— 37 —



2B TAY MR —DIICHND A Z ORI OFER

X 4

el g
R(0)

|

i

| !

Q branch ) !
i

|

|

/\/\/W e

20,

R(2)

Fig. 2.4.2: Phase Sensitive detection (2f) spectra of "2CH, and ">CH, about 1.663 um by
using DFB-laser.
Sample: "?CH, ; 99.9 %, *CHy ; 99.5 %
Pressure: 1 atm
Pathlength: 10 cm
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2CH,4 R(0)

12CH4 Q branch

t

BCH, R(1)

BCH, R(2)

Fig. 2.4.3: Phase Sensitive detection (2f) spectra of Sample 1(**CH, : 57.5 %, *CH, :
42.5 %) and Sample2('2CH;D: 98 %) about 1.663 um by using DFB-laser.
Sample 1 and Sample 2 were arranged in series. Arrowed line is the
strongest one of '*CH;D in this region.
Pressure: 6.3 hPa
Pathlength: 10 cm
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Intensity of transmitted laser power [a.\j.]

B 2CH, R(1)

|

BCH, R(2) BCH4 R(3)
0 ul [ E— 1
1. 6614 ' 1. 6594 1. 6586

Wavelength [ pm |

Fig. 2.4.4: Direct absorption spectrum of '2CH4 and “CH, about 1.660 pm by using
DFB-laser. ’
Sample: 2CHy ; 57.5 %, BCH, ;42.5 %
Pressure: 1 atm
Pathlength: 10 cm
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X 4

il

2CH, R(1)

|
|

13
R(2) CH,

W“Jﬂrﬂrﬂm —

R(3)

)
=

Fig. 2.4.5: Phase Sensitive detection (2f) spectra of '?*CH,4 and "CH, about 1.660 pm by
using DFB-laser. 7
Sample: ?CH, ; 99.9 %, >CH, ; 99.5 %
Pressure: 1 atm
Pathlength: 10 cm
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12CH, R(1)

BCH, R(2) )

BCH, R(3)

Fig. 2.4.6: Phase Sensitive detection (2f) spectra of Sample 1("*CH, : 57.5 %, *CH, :
42.5 %) and Sample 2('2CH;D: 98 %) about 1.660 um by using DFB-laser.
Samplel and Sample 2 were arranged in series. Arrowed line is the
strongest one of '*CH;D in this region.
Pressure: 6.3 hPa
Pathlength: 10 cm
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(b) *CHsD

Intensity of transmitted laser power [a.u.]

3CH, R(5)
2CH, R(3)
0 L L
1. 6537 1. 6531
Wavelength [ um ]

Fig. 2.4.7: Spectra about 1.654 um by using DFB-laser.
(a) Direct absorption spectrum of Sample 1(*’CH, : 57.5 %, *CH,
’_42.5 %). (b) Direct absorption spectrum of Sample 2("*CH;D: 98 %).
(b) Phase Sensitive detection (2f) spectra of Sample 2.
Pressure: 1 atm( (a), (b) ), 6.3 hPa(c)
Pathlength: 10 cm
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X190

2CH, R(3)

BCH, R(5)

Fig. 2.4.8: Phase Sensitive detection (2f) spectra of 12CH, and ">CH, about 1.654 um by
using DFB-laser.
Sample: '*CHy ; 99.9 %, °CHy ; 99.5 %
Pressure: 1 atm
- Pathlength: 10 cm
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Intensity of transmitted laser power [a.u.]

12CH, R(6)

0 1 1

1. 6456 1.6452
Wavelength [ um ]

Fig. 2.4.9: Dlrect absorption spectra about 1.645 pm by using DFB-laser.
(a)"?CH, : 99.9 %, (b) PCH, :99.5 %, (c) ">CH;D: 98 %
Circled line 1s the main one of BCH, R(8).
Arrowed line is the strongest one of 12CH;D in this region.
Pressure: 1 atm( (a), (b) ), 6.3 hPa(c)
Pathlength: 10 cm
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">CH, R(6) X5

BCH, R(8)

Fig. 2.4.10: Phase Sensitive detection (2f) spectra of 2CH, and >CH, about 1.645 pm by
using DFB-laser. '
Sample: ?CHy ; 99.9 %, *CH, ; 99.5 %
Circled line is the main one of "*CH, R(8).
Pressure: 1 atm '
Pathlength: 10 cm
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242 EABENRE

RKEFDAZ T ABEILLIS ppmBETHDZENORBEORWRIEEZ T AT,
CBESLELRB, TOLORES, BRI L RMLADRSERARIIT S0, WE
CHAWD IR ARV BV I BRY, ZODERINAENHE. RIEELVOEFE
BbBIHUEENIEEL RS,

Fig. 2411 ZIRE CORRKFEED A F & PCH, D FT-IR AX7 b ERT, FHEESR
BRL BMAEELRBEIZTAZDIZ@QA T VOXKEEEZ100m & LTRIEZIT> T3,
BB AT & D IEE T, EAER Y 237272912 Doppler JAA3 Y OWHR & UTHERIX
néoit‘@%%ﬁﬁ&@fﬁy@x&abWTu?ah@m@NykoiE&wWﬁm
fti. PCH, DEEHRB LU "CH, OERE/ > PABHIEhTW3, X->T, BETORE
BT I D R U6 DIRIN Tid, Doppler JEA3 ) T 1A LH|Z ABRINARTH 5 Z & Dt
#1z BCH, DR TiE "CH, OE TRV FOWPGROEZEN 2V, Fidbirnz b,
K51z, CHD ORBGROHEN D RN LNEHEL 2B,

BEOE» DWW, 233 TRULEEL I ITERETIZES L IR EOREL RINARITX
F5, SOICERROEFRI B8ERD &%E%ﬁﬁ@ﬁ%ﬁ%‘)ﬁﬂiﬁékm IREDZET
KELBRRBZELIIRB, £oT, 74 Y bR=—HTOHE 1 X10° OREELRERTH 2
HITITT & B EHIUL, "CHy & "CHy & TTFRBMOZIAX LG LA LE LD,
REOCKEZHRT L LBTED,

LD, BETORIBRIRICONTRHMN TS, Fig. 2.4.12 12 "CHy R(D#R. “CH4R(Q)
L R(3)#R. Fig. 2.4.13 12 "CH, R@) . ROGEDOEBERIIE S &#RT, Fig. 2.4.13 LY BHSH
&iﬁﬂ”anm%kR@ﬁthWmﬁﬁDfﬁﬁ%%ﬁ%%ﬂﬁ%éhéoiofé'
B, RO)~RQG)EIZOWT, ""CH,;. “CHy FHEN ] DRI—OWRPFERIHI OV TR 5,

(a) ROFRDBLHRTZDOUNT
Fig. 2.4.14 1Z "CH, ROWRITX 2 KIMFIEED 2 & | "CH;D OFBRH5 FT-IR A3
7 b ERT, PCH ROMBUCIE. *CHy "CH:D ZNEhOREHTHBRIS 3,
%7, Fig. 24.18 1 "CH, ROWRIZHT 5 CH,. "CH;D OF#% 55 FLIR A7 b
7. "CH, RO, CH, DEBITRL IR, PCHD ORI BRSNS,

(b) ROHBROWIFRITIZ DT
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Fig. 2.4.15 12 “CH, ROWBIZH T B RRFEHEED 2 ¥, "CH;D OFEEH 5 FTIR A3
7 MVEFT, PCHy ROBITIL, "CH, OFEBEHIZIT TV B2, "CHD 0EEIIRS
gy,

¥7-. Fig. 2.4.1912 "CH, RO)&RITxT 5 *CHy, "CH;D O EAR 5 FT-IR A2 b b
AT, "CHy ROBHTIE, "CHy DRI R bR A3, “CH:D O EIIM<BRISh 5,

(€) RQFEDBEPARAHZDOUVT

Fig. 2.4.16 {Z PCH, RQBHI AT+ B RAGIHEED A & >, "CH;D DEEH %5 FT-IR A
7 MVERY, PCHy RQBUTIE, "CH, OREEF < ZiF, "CHD OEELHZIT T
%,

¥7-. Fig. 242012 'CH, RQ)#RIZxT 5 CHy, *CH;D O EEA A5 FTIIR A2 b
27%, “CHsRQ)BHZIZ. “CH,. “CH;D OEEIIBAIS iz,

(d) RGBRDOBPARXITDUVT

Fig. 2.4.17 i PCH, R(3)7’f§&13®‘@"53€%7§2ﬁ;)§0)% 5. "CH:D DEEEH D FTLIR A3
7 MVEFRT, BCHy ROMRIZIE, "CH, DR E %< %, "CHD OFBE2HZT T
%,

¥72. Fig. 2.4.21 12 "CH, RO)&IZX$ 5 PCHy, “CHisD D% 25 FT-IR A7 k)L
%7F, PCHyRQWRITIZ, "CH, DEEIIR b2\ 48, "CH:D OFEIIH BRISh 3,

BLE DRI M 618 B 7 — & % Table 244 ICE LTz, LoT, T4 Y bK< —TFlEE
R EET 5 LRE TOREITIT RQBOTMRA D IE & VA2 D, £OBFEERIL
CH, : 1661.4 nm
2CH, : 1656.5 nm

TH B[2.16],
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Signal Intensity [a.u.]

Signal Intensity [a.u.]

® M

12CH, R(1)

(b)

BCH,4 R(3)

BCH, R(2)

Fig. 2.4.12 : DFB-laser spectra of (a)natural-abundance methane
and (b)'*CH, about 1660 nm
(a) Pressure : 0.63 hPa, Pathlength : 26 m
(b) Pressure : 133 hPa, Pathlength : 60 mm
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Signal Intensity [a.u.]

BCH, R(5)

BCH, R(4)

Fig. 2.4.13 : DFB-laser spectra of 13CH4 about 1654.5 nm
Pressure : 133 hPa, Pathlength : 60 mm
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Table 2.4.2 : Sample date of FT-IR spectra for Fig. 2.4.14 - 17

Sample Pressure [ hPa ] Pathlength Line coler
CH, 84 158 mm
natural-abundance 27 100 m
methane

2CH;D 100 154 mm

Table 2.4.3 : Sample date of FT-IR spectra for Fig. 2.4.18 - 21

Sample Pressure [ hPa ] Pathlength Line coler
natural-abundance 100 158 mm
methane
PCH, 84 ' 158 mm
2CH,D 100 154 mm
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Fig. 2.4.14 : FT-IR Spectra of *CH, R(0), natural-abundance methane, '>CH;D at 5997.9 cm’
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Fig. 2.4.15 : FT-IR Spectra of '*CH, R(1), natural-abundance methane, '>CH;D at 6008.5 cm’
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Fig. 2.4.16 : FT-IR Spectra of *CH, R(2), natural-abundance methane, '>CH;D at 6018.8 cm’
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Fig. 2.4.17 : FT-IR Spectra of *CH, R(3), natural-abundance methane, >CH;D at 6029.0 cm’
g P
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Fig. 2.4.18 : FT-IR Spectra of '>CH, R(0), "*CH,, CH;D at 6015.7 cm’
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Fig. 2.4.19 : FT-IR Spectra of '2CH, R(1), *CH,, 2CH,D at 6026.2 cm™
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Fig. 2.4.20 : FT-IR Spectra of '2CH, R(2), "*CH,, *CH;D at 6036.6 cm’
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Fig. 2.4.21 : FT-IR Spectra of '2CH, R(3), "*CH,, '>CH;D at 6047.0 cm™
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Table 2.4.4 : Characteristics of " CH,4 and 12CH4 on low pressure

Wavenumber Line qurlap ngrlap qurlap
! 12 13 with with with

[ cm ] CH4 CH4 12CH4 ]3CH4 IZCHJD
5997.9 R(0) A ; A
6015.7 R(0) - % A
6008.5 R(1) o . %
6026.2 R(1) - % Py
6018.8 R(2) A _ PY
6036.6 R(2) - x %
6029.0 R(3) ) . A
6047.0 R(3) - X A

@ : much overlap exist;- A : little overlap exist; X : not exist
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2.5 "CH,D * “CH, BRI DFIR

Fig. 2.5.1 IZ{EE CORRGFEED A # > L "CHD O FT-IR A2 kA &75%F, 2CH;D ®
AT 0.06% Th 572, “CHy OBRIRIRDBFA L Y & 5i2 "CH, DRINARDE
BITERE— FOBRIROZEEZ TR0, BEOLRVWRIROBERRAIRT
HAMN, "CH;D OFEEN LT 5 L EEE, "CHRIBOBEBILET bhin B L DN
ETH5,

CHsD M43F13 CHy DS FIZHATHBMESBN TV S 72, CHy i~ CH:D O%
AT FEEIZ % < DRIBIZ DT WS (Fig. 2.2.6), LT, &IRITHESLSL "CHD DL
— P L D IEER LT, ST RS E (A L — 9 — (External Cavity Diode
Laser: ECDL) Z##%E L. A7 M ERE Lz, ZHidfER, DFB B—t— FyEAL—
P X VEERSIETVARZ MAZEEG LTV, BIlEI I mBETHY ., FE
25D DFB 28R L —F - BEERD D, 1| VAT LAOL—F—THEDAS b
NEBB DTS, HEEOMITEAETRAD 0, = = TIIEKT 5, & L7z "CH,D
DAY kD 1| Bl% A Fig. A1~Fig. A 12 12737, FEXK, - "CH3D @ 2v, /32 FOBZER
WL OPRENTNA[2.17,218]88, 2O X IICEEHHIZ LA bFEMICE—E— FL—F—
WX VBB EINTART hVOBREFEIEDOEZARL, BRNBRORBBELZT D Z L THH
T OEREETR EE X DN HBRIOESITIT S Z LILT 5,

2 U®IT, "“CH, /"CH, DRIEITEIR LTz 2v; RQBITIBEOZEBELTO 2RI EE
%5, ZOBE, FHEMOZRAF—LEGEORTRI LY #2475 "CHD ORIHIE
2v4 RRo(2) #Tdh 5[2.17,2.18], “CH;D *Ro(2) B EMAT 5 Z & A3 TE 4T ""CH, RQ)BRD
YRR ST R R, BRI ASTTAE L 72 B, “CH D "Ry(2)EAHED ECDL
X BARY bV Fig. 252127 F, ZOMEDER TR LV—F—HRE L TEREL TR
W, 20 ECDL ZHWT, +97 A4 Y hR=—oHHBFELEX NS, LirL, 20K
X4 ECDL ORBHE R ELZEM S TFHARHREZERE LA, BUELE LfE 5L
ELTWeholz, £ZT, &5IZDFB ¥ EEL—F—IC XV RG LI RRTFEED A H
v & 2CH;D @ "2CH;D *R(2) #RBED Ll 5 A2 kv % Fig. 253 IR $, MF, A& v
DAY WA TiE 2CHD *Ro(2) D & Z A TEBAMA TS, &-T. T ORIH TR
FABRO CH, D kT — N DI O FREE D F7 BRI Z L1272 5, Z DRIEBICE
WTHRIERATETH D, BRE— FOREKGFHS2EE L THESNLEICRS &
EZzohd,
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FIT, b)) —EFLIRIZTAZ & "CHD ORI MAEREG LT, &HIT, A4
VIZPCH,D 2V EEA LT fiBES 2 & 25 A L TFTHIR AXY MV RRIG LT,
2 FEIEOFEEN AT Table 2.5.1 D &R Y TAF > 80hPa (60 Torr) iZ “CH;D 0.4hPa (0.3
Torr) ZBALIZH DL, A% 80hPa (60 Torr) (Z °CH;D0.2hPa (0.15 Torr) %#iBA&L
EHDTHD, ZNHIXEFNFRRRTEEED 8 %5, 445D "CH:D BEICARZ X HICLEk
LD THD, 2D L HITT 5 Z & THUN: "CH:D ORPGFREEFI LT LIz b D TH B,
IO BLRPBICANWD I ENTEZ D REMEZ SABR L, ZOHR %, Fig. 2.54~ Fig.
2511 IZ7T, 2055, BICAIBIZAW TS DX 610852 cm” ORPFRTH Y, KIC
6022.63 cm™ . 6007.65 cm™ DIETH 3 LR S iz, UL EOREN HH iz 7— % % Table
25212k &7, “CH;D @ 6108.52 cm” DRIHRIT, BBOER, "Rd(NMTH - 7[2.17,
2.18], = DOWRIERATTL D DFB 38k L ——|2 X 5 222 F L% Fig. 2.5.12, Fig.2.5.13 12
RF, FT-IR A2 MV TR TR > 72 "CHsD *R( 7R S EHREIZ BRI S h T 5,

z @Fﬂﬂiﬁ&?ﬁ)}%@ﬁkﬁ@@iﬁw 2CH, DR INEIZ. R(6). RODBETH D, ZD 55, R(6)
BILIRED Doppler K4S ) TIRIHMMEIEIZ L Y SR L TWT! 6 KOERHRD S B 3 A5
DI, ZO—HOFTHHEEXLBRI SN TR Y., ZORE TITRIEIZAVTY Ve
VW (B% Fig. 2.5.14), ROBLBHBEICL D QR L THE 0, 6 KOO 5 b 4 KM
BCERBRIAV.2EABIEZLEALERSTND, ZOFLALERSTL2KDRIHTHN
ERIERAIRETH D (B Fig. 2.5.15),

LoT, 74 Y M Re—HFHEEZZEET S LIEE TOREIZIE "CHD @ 2v, "Ry(D#R &
2CHy @ 2v; ROHBOBRIRI BEE L V2 5, ZOERIT

"2CH;D : 1637.1 nm |
CH,: 16429 nm
THBH[2.19],
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Table 2.5.1 : Sample date of FT-IR spectra for CH3;D or/and CHy4

File CH3;D CH, Cell [Pathlength [Line color
CH;D ch3d6015.spc 76 Torr - CaF2 154 mm
CH, ch4_160a.spc - 60 Torr | White 100 m
CH3;D : 0.15 |[ch4dl60b.spc 03 Torr | 60 Torr { White 100 m
CH;D : 0.3 |ch4dl60a.spc 0.15 Torr| 60 Torr White 100 m

Table 2.5.2 : Absorbance and judgment Qf possible CH;D lines.

Wavenumber |Absorbance Judgment

[em_] CH;D : 76 Torr
6116.33 0.162 A
6108.52 " 0.274 ©
6081.53 0270 A
6043.79 0.126 A
6023.12 0.191 A
6022.63 0.161 @)
6007.65 0.097 0]
5973.78 0.137 A
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Fig. 2.5.4 : FT-IR Spectra of CH;D, CH,4 at 6116.33 cm™
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Fig. 2.5.5 : FT-IR Spectra of CH;D, CH, at 6108.52 cm’'
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Fig. 2.5.6 : FT-IR Spectra of CHsD, CH, at 6081.53 cm’'
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Fig. 2.5.7 : FT-IR Spectra of CH;D, CH, at 6043.79 cm™'
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Fig. 2.5.8 FT-IR Spectra of CH3D, CH, at 6023.12 cm’’
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S

Fig. 2.5.9 : FT-IR Spectra of CH;D, CH, at 6022.63 cm™
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Fig. 2.5.10 : FT-IR Spectra of CH;D, CH, at 6007.65 cm™
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Fig. 2.5.11 : FT-IR Spectra of CH;D, CH, at 5973.78 cm’’
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(a)

2CH, R (9) | T

A
- . N

(b) 2CH;D "R¢(7)

Fig. 2.5.12 : DFB laser spectra of (a) CH;D and (b) natural-
abundance methane ,

(a) Pressure : 27 hPa, Pathlength : 30 mm

(b) Pressure : 74 hPa, Pathlength : 100 m
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” ">CH;D "R¢(7)

Fig. 2.5.13 : DFB laser spectrum of methane
Expanded of right hand of Fig. 2.5.24 (b)
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Fig. 2.5.14 : FT-IR spectrum at °CH,4 R(6) line
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Fig. 2.5.15 : FT-IR spectrum at CH, R(7) line

— 79 —



#2E TA Y PR =N D A2 L ORIERORER

E2E FIAXM

[2.1] K. Uehara; Appl. Phys. B 67, 517(1998).

[2.2] C. B. Moore; Appl. Opt. 4, 252 (1965).

[2.3] R. Koga, M. Kosaka, H. Sano; Opt. Lasér Tech., Jun. 1985, p.139 .

[2.4] K. Chan, h. Ito, H. Inaba; Appl. Phys._ B 38, 11 (1985).

[2.5] A. Mohebati, T. A. King; J. Mod. Opt. 35, 319 (1988).

[2.6] H. Tai, K. Yamamoto, M. Uchida, S. Osawa, Kiyoji Uehara; IEEE Photo. Tech. Lett. 4,
804(1992).

[2.7] C. H. Townes, A. L. Schawlow; “Microwave Spe:ctroscopy”, Dover Publications, New
York(1975). .

[2.8] H. Wahlquist; J. Chem. Phys. 35, 1708(1961).

[2.9] R. Arndt; J. Appl. Phys. 36, 2522(1965).

[2.10] K. Uehara, H. T;i; Appl. Opt. 31, 809(1992). ‘ : K

[2.11] D. T. Cassidy, J. Reid; Appl.'Opt. 21, 1185(1992).

[2.12] K. Uehara, H. Tai, K. Kimura; Sensors and Ac-tuators B 38-39, 136(1997).

[2.13] P. Bergamaschi, M. Schupp, G. W. Harris; Appl. Opt. 33, 7704(1994).

[2.14]7. S. Margolis; Appl. Opt. 27, 4038(1988).

[2.15] K. Shimoda; “Introduction to Laser Physics”, Springer-Verlag, Berlin(1986).

[2.16] K. Uehara, K. Yamamoto, T. Kikugawa, N. Yoshida; Sensors and Actuators B 74, 173(2001).
[2.17] C. Alamiciiel, G. Graner; C. R. Acad. Sc. Paris 265, B-549(1967).

[2.18] D. L. Gray, A. G. Robiette; Molec. Phys. 37, 1901(1979).

[2.19] K. Yamamoto, K. Uehara, T. Kikugawa, N. Yoshida; 1st International Symposium on

Isotopomers, Proceedings, Yokohama, Japan, 2001.

— 80 —



FBIE XX OREFRAELORIE
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ZDETIR, £ 27 ORERMGE (PCHy/ PCH, (8VC) ) ORIEIZHAWZEERED 5
b, R E LTHWeMIFER (DFB) HEA L —¥— RAEREL L L THWZER
Herriot Z/VZIZ DWW THEH L 72, DFB HEEL—F—iF, —ROZE—FEERTD
Fabry-Perot BEEAE L —F—ONMICARNREFREZRT, B—T— FRREZTI> L0
ThHD, A7 MENRNZLLDHD, RERTH I NS IEITE LR 12
TH%, DFB FEEL —F—i3fk kv, REBRCESELET 74 N@EICHVWLRTER
B, —MRIZYH—IRF LERETTHEI N F 2R TOMAEDLREIZL VEELEILELT
STEIE, LU, FBRTRTA Y b B =D 2475 DI 2BOSNTF = KT
W, FEROXLVF 2 RFRIY— I A BAVRIBREEDOREICZEREZTTV., EEOX
NF 2 RFIZEL > TERE L LAFRBUBREER 3 BalBfE 5% AV TRIERO .0 ERE
EILERLZEEIToTZ,

B Herriot TN L—F— S HAICERE NS ERMEATHS, CAIZAH LL
— =i 2 B DIEEMNEDEEIT LY Lissajous D/3F — V&8 EIT/E-> TREEEVIET,
DD, BANDOZE/M 2R D White -t/v&_:tt&%ﬁxbinjJ%J: <HERATE, £z, A4
RTRHBEKF S EL—F—HEITHN, BOAFAILL->T 1 FEEZTFSELL—F
—%% “CH, DRERBIZHV, SERFSEZL—¥—X% "CH, 7213 "CH;D OHIE
FHBIZHW, TE OFEEOBWVWEZHZ L TFREZ RS IEfMT ez,

RICRIE S AT b & UTORSER L, HEARRERIZ OV TR, EBO PCH,/ "CH,
DOBRIEERIZONWTRR, BERLER TR LV —HOTBHITERTIHETHD
a7 ) T EMZ B BITER Herriot ?/vézﬂéﬁjﬁ%ﬂi DITBZ E THRERER
Motz, HEHEMERERERTIE 2 MEORBHIH LTEHENRD AN E . R—RARHIXI LT
BHMERDH DD 2 JIZOWVTERROITV, F—3EHI T2 ERICE VRAIEREIC AR
ERNDHDEIORFBETHLRERCHETE LI EEFEFE LT, ZTHNITFEROEFH T 23[F—
DORIHR R ZHWZ Litk>TW5,

BCH, ® RQ)#HE "CH:D ORIGROEEBEZITTWBH, TOREELEERE L,
Z 0L THEBO PCH,/ CH, DREERTIE, §°C 3L UBD OffAvH] - T\ B ExERE A
Y . FHBEHOSD DEMAEAS DAL, "CHD ORIROKB L HR L, F— 5 I0mi
LV RMBBDSC AEEL0.027 %o THIETESZ L EBFIELT,
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3.1 BCH,/ “CH, DRIELERE
3.1.1 AR E (DFB) Mk L —F—

L —F—FER L —F | G — BT D L b FREE b B2 5T
VB, BEE LTIMITREMNS D D . BRE T CHBE CRIET 5 R4S bh
B, BB BE ORI & B L R HOBTF OBBEFIA LTV (Fig. 3.11).,
L DR DRI R RN EAD T R F— Ll AR 0, HRBE LK
+5,

E,<hc/A<F.-F, ' (3.1
mAi=nL (m : BE) ' ' (3.2)

BIRBE AR ENICRETOMRICE VRE S 85, T3 F—k BIFRINREIKET 50
T ORENBT B L HBMANTHEVENT S, &bICHEATBBIRICL > THRAE
B U BT, AT L > TOMENEDS, RN OS2 T b
TBR, BEDRE L EABRIC L > TRBENT .

W DMK L — Y — 3 BEBRTE 2 F ] L 7= Fabry-Perot iR %2>, ZDHftE—F
HE—E— N T2, BREEOHTERICL STARICETSE, 202 LeXEL
T2 DB FIRER (distributed feedback : DFB) L —#—"T&%%, DFB &KL —#—3k
BT > TRIOHE BE SN TV 3 O TEITFE b BINICEL LTV S, BIFENE
LT3 L 20BATREMES 5, £ LTABANBORH ST < B IS
5 X5 REEATHNERAE B Y L—F—RENE T 5, 2 ORBZEHANEFE n
DR OB R ORBRIEIC 2 > TS LR SNB,

nA=(1/2)mA (3.3)
Lo T ORAMEE LS Z L CRIERELBINT 52 LA TES3.1] (Fig.3.1.2) .
PESR B IERAIRE LTS LTS 48 L — F— OPeR L 133 pm, 148 pm,
1.55 pym fHEIZB O TWD, RBFETIET v ) VHBIO X Z L OHHIEL LTz 1.66 um

AHE CHE—F— N THET 5 InGaAsP-DFB 8k L —F— & F iz, &5 TRz “CH,.
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3CH, DFB ¥k L —+— Dt % Fig. 3.1.3~Fig. 3.1.6 1277 T,

3.1.2 BRER L BRHI#E

KL — P DR TRE LEABRIC L ) BRREEEX 52 LA TE B, AR
%fu”ah®i5&@EE®¢twﬁZ%MEf5tb\ﬁm@%ﬂ%@EE<Mﬁ?5
HERD Y, MAABREREESEA L, Z0O7k, DFB FEEL —F—ZiEATHER
3, BERERICRHEREEE LCERERE L, T, BIROFLICERSIEZ1T
H HEWZDWT Fig. 3.1.7 THEBET 5,

DFB F#kL —F—ORTRELHET DDAV F =R T EA N, @H. REH
BERATEZ N F 2B TR IETHOGR TR 2B~V F o HTHEL L. L,
ENENDONNVTF = RFZMMLITHIEA L2, TROSVF = R (IR LT OB R
ERETDHIORBEICRD LIV —IRZICIVHBEEZIT-2[3.2],

—%., EBO~LVF = R HHORERO T EREELT S b AN AT
%, DFB 8L L —F—DHTHDO—E Y = v VERTHIT. BRI R L 2FRB I,
%ﬁ&%ﬁ%%?éo%%éntﬁ%ﬁmeﬁAmuabfty&&énéoy@&%%
RRIBROPLTEr 7 v AT HEXERIEETHL2H Q28) . BRIGEOF L
LRIRERBTIICEE I RIZEFIIRERE T LD, ZORERFEHFIEmIZRD X
912 PID HIEIERRIC &k - THIE 21TV, HEE S 2ERBIES L, EEROSAVF o5&
FIZ& Y. DFB FEFE L —F—DORFIREZL SR EIIBRIHEO PR EL LT,

3B~V Ay ML

EF Herroit Z/VIZRR SN2 EEOHR TONZE L OXBREZBES L EWV I RIWIZR LT
1 DOMBIE R B 2 & 2 B[3.3], Fig. 3.1.8 1T Herriot £/ & HEK D White /L 2R
L2 % White LV [3A4DEEEZRT, W & bAERIL 100m THS 4, £ Herriot &
NOBERENR32 Y v M ThHD DI LER White BV Tid 63 V v L& 20 f5< 12725
W3,

Herriot £ /L Tid I ANEOHEE AV, Z OHITEITT 5 2 83 LT 10%RERR 5l
FAEEREH >TNS, B THIO 2 HOFEHS 1D Ok EEY B TR ST
BY, fTFOEIIHW R EBE> TEAVRNIZL—F—HITEAIND, L—F —HITKE
HTHOAEEZF->TAH L, EHZ2EEERFA TS, £ L THREOICIAHALFALA
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BT FRICHNT 2,
ZDENDOIEENEDEIZL Y L—F —KIiT Lissajous D35 — 28 EIF-> TRE %

B0, BRI L— i x e y BT L RIS EIC 25, 2R ENR

o
¥
k

BERKAER >TNB LV, KDL S IKHRT - LRTE B,

x;= Xo sin( i ©, ). (3.4)

yi = Yo sin( i ©y )., (3.9
O,=nM,/N, . « (3.6)
O,=nM,/N, (3.7

TZRBVT Xo. YolIHEETHRENDOIRFRDONI = DRESZTL>TRED . NI
EAORMEK TS, 2 2 TN B L ET S & L—F— il L§iE L5 Y AS L.
WA 2, i1 PO NETENMTIERT, BELOEFNENRORNANENDIEFZRL
TW3, My . My FBRCRFERONRNZ—VORERDD DT, ZOEKIIFEOHE
R LBEOMBIZEARLTWS,

(N, My M, 0%< OFREAMAADEIZE D, ] ES RO F— 35S <
HB, INHLDONRF—VeENDRKREIEZRDD ERFN NI —VBRRED, EOHMOMEDL
BE B, RHAY— ERFHORR R/, TRENDAY —ida=—s 2k L
T3,

BEVWABEZFL, KEARLERTFEBLRWE S RANF—V2RETDH L, (N=182,
M, =80, M, =76} OEREZFDI ORFADNRZ—URExEEEZLND, HRR 91
DREED/INF— % Fig. 3.191Z7T, T I TCRFADKE SIIRFIZL D L—F—%D
BELZRBRLTWS,

RO &I, £ Herriot T L — YA B AREES & 1 B CHEL
T<5°HMn@%iﬁ%bt%%%”Qh@MﬁKﬁw\Mm@lﬁ@@%%%”ﬂh@
RIBIZAWS L RMATFEE L D AE ONEREDIZERZE LR 5D, BEOEWHIE
MR L 2D (2328 ,
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3.14 RER

DFB &AL —F— I Y HH S D EREEM SN L —% —JEI3% T Herriot 2R GH
ENVIZEASNRD,

Z DRBETRIEREA A2 L D 3 b, L Heriot ©AOHE . "CH,, CH, TF
NEN10m & 1Llm THD (3.13) . BAREAVZHE L L—F —HiER NG T2
&h., Lock-in Amp.iZ &> T 2f & (I,) & Digital Multimeter TEFERS (Ipe) ZHT
% (Fig.3.1.10) ,

BRIHENTZEBIZ GP-IB #H N T/A—=Y F A ar Ca—F TRV AR, L& Ipc THEAL
?6%@?—5%&%ﬁoto

3.5 FBIMA - PEXR '

RIEE N ~ORBHEARLHLR D2 DI EFEEESIEE (Baratron #£8Y) Wz, E723E
KDT DI > 7 & e, 4 EREHEACHR DI hORE & Pyrex 7 2 & %
Wiz, REHEA LR EZR UEE CHA LZEDRBRPIZA->TWEIR I Ya—ay 7
;5¢U741;0T%ﬁﬁ$ﬁ&ibﬁ<ﬁ%oto%ﬁ%?%\ﬁﬂﬁﬁ%&%ﬁ%
2o, BEERICIE 12.5mm OREE LD 7 L T I AE R —X 3L 7 (Edwards #5Y)
ENLTH—RFRUFEORIF T, ZOZLIZX Y, LV OFKICES B EMIT 15 4
2o 5 LINIZERE S,
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Energy

s

Density of carrier

Fig. 3.1.1 : Energy level of semiconductor
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Fig. 3.1.2 : Schematic diagram of DFB lasers
(a) pure gain-coupled DFB
(b) complex-coupled DFB
(¢) index-coupled DFB
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30 I I 3
Lot: T65-89056
| w: 4 25,0C
25 s/m: o602 }.a P
Ap: 1656.5nm/100mA | |
% 20 2
3,
é 15
g
£ 10 |
S
5
0 : 0
0 50 100 150 200 250

Current [ mA ]

Fig. 3.1.3 : Characteristic of DFB laser for '*CH,
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(" /inritsu 2 99-06-24 14:13
AMkr A:  1656.5mm B: 1657.3mm B-A: ©.8mm
LMkr C: --4.81dBm D: -45.7dBm C-D: ‘41.69dB
TMkr(Peak) | SMSR ] ‘ Norma) ( A )
1858 5rm 2nd T Pa
9. 9dBm | per=4- A1dBm IYH 8
al: 41.68d4B
10. BdB
sdiv
-40.1 : : ! ‘1
AJ\AA\]\/’\I\‘/\V\A’\AA I
\WIAVAYY YAY AV \/
-90.1
dBm
1651.5m  1.@nm/div 1656. 5nm _in Air 1661. 5nm
Res:0. 1rm / Avg:Of f s Smplg:581 -~
YBUW: 1kHz 7 Sm:3pt 7 Intvl1:0ff -~ s att Off

LD : 48AR/ Pf=12.7mW /100mA / 32.5C

Fig. 3.1.4 : Spectrum of DFB laser for '*CH,
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40 I I . 4
Lot: T66-72025 25.0C of" | Pf
LD : 11AR y
S/N: 96083 .
30 Ap: 1661, 4nm/100mA N
_ 99T 30.0c N 3
= : N
=y . 30.0C . ;
. ' __/ 2 =
£ :
S
/v
§ .
10 ' 1
0 < -0
0 50 100 150 200 250

Current [ mA ]

Fig. 3.1.5 : Characteristic of DFB laser for ?CH,
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/inritsy 2 99-06-24 12:52

AMke  A:  1661. 4rm " B: 1662.96mm B-A: 0.66mm
LMkr C: -5.T7dBm D: -53.17dBm ) C-D: 47.4dB
Thkr(Peak) | SMSR 1 Normal ( A )
1661 4nm 2nd i Paak
9. 9dBm | per.=5- T TdBm Y H 2. 656nm
al: 47 AdB
10. 8dB
“lAdiv h _
401 (]
dBm {1
. ) Y
~ AN A
[ NIRRT %y LAY ANV A AW AN
-9a. 1
dBm
1656. 4nm  1.@mmdiv 1661. 4rm - in Air 1666. 4nm
Res:8. 1nm ’ Avg:Of f 7 Smplg:%501 ~
YBUW: 1kHz 7 Sm:3pt 7 Intv1:Off ~ s Att Off

LD : 11AR / Pf=17.5mW / 100mA / 30.0 C

Fig. 3.1.6 : Spectrum of DFB laser for "CH,
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Ref. Cell

Photo-
detector
| Lock-in Amp.
3f
/T
Proportional
-Integrated
Controller |
‘ Laser
Current : Driver
Controller
Oscillator Lower
f Peltier
Element
Ref. Signal to
Measurement
System

Peltier
Driver

Mirror

Upper
Peltier
Element

Fig. 3.1.7 : Schematic diagram of wavelength stabilization for DFB-LD
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Fig. 3.1.8 : Modified Herriot cell (left) and modified White cell (right)
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® . .
Tve T T v ey
® ® ® ’ ®
® ° _ °®
o °
* °
°. ., .
° , .‘
" . 'Y L) .
° . e
® e ® b
. ° . ° ¢ ]
» . )
® Y )
" o ) o O ¢
e ° o > ® o ® .o..

Fig. 3.1.9 : Reflection pattern of modified Herriot cell
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for '*CH,4 (sz)-

for ?CH, (Ipc)

for “CH, (I9)

External Cavity
Diode Laser “ Multi-Pass
13
for "CH, Absorption Cell
g | External Cavity
Diode Laser
for 12CH4
Lock-in or DC
....... | Sl gnal ' l:"hOtO‘—
.-I_—_L .D-| detectors
.... Ref. ,
<" Signal < | |y
LT\ M .
Y \ Y Y - A
Lock-in Amp. Digital Lock-in Amp. Digital
2f Multimeter 2f Multimeter

for 13CI‘I4 (Ipc)

Vacuum

Meter

Vacuum

Pump

I

|

Personal

Computer

Fig. 3.1.10 : Schematic diagram of §"°C measurement system
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3.2 °CH,/ *CH, DRIE LR
BCH, / "CH, BIR ERITEICIBOKREIT -T2, Th b
O KoM EFER
@ FEHRERBER
® RINLIRLLRIE X
THD,
HEMREEERTIX
@-1 2FEEOFBHIX L THBMENDH DD,
@2 F—OREHIR L THBEELRD S0
D2 RIZONWTERET -T2,
ﬁ&%mﬂi%%FM3ﬁﬁ®m\WC@&B#E@EE%W%FME%%tﬁHK%
LT 1 DORBIEAEHEST R L LTHO 2 DOREINEESWEI O & —FK T2 1o T
EBREIT o7, TOLE, PCH OBIRIC 2CHD ORIGROE BN 55 = L H4IH L7
kb\?—5%ﬂmiof:®%%%W§LK?

3.2.1 ¥EBEm ERR

L—Y—FII =M - BRERIZAHOR 726 TH D D, FEREREEMESH D &3t
2, BERHIZVOIBELMOHBRIRLEERD EREIENHDOTHD, £LT, it
BRI TH D edFHEMEIE L, FEFHFHONRLE LTHWLRTWS, LaL,
ZORERRS HFRIFICHWD5E. SIRK VRIS £ TOXE EOXFERITFETHE
PERET S L. COTHEMTEER (24 02) SERSRINAS b AR
HE (Fmr7)0Y) BAELTLES, 2O a7 YURRERILFITLY,
EATHEOKBERELENTHZ L TEOMBENEL, Er g F) 7 RE LTEAISHh
D, .

DD, ZOxEu LT ) vUBKK EIZTERWE DI ERE R DX ETICE
BLANI EORHEHIEEEAERICHETEOLFENLE LN TNS, ik, KEROET
ZOWTEFREEZ DL HRVE 9125 2 LIXRFARER S, 34T 23 R%ER 2 HE
Wﬂmﬁﬁﬁﬁéﬁ‘I5UV7HVV%ﬁ¢éﬁéﬁ#ﬁ%%lDbéﬁﬂoHglm
RWTIX L —H—JIR (Laser Dewar) . 2 Y A—3 3 L& (Aspheric Lens) & 1 K H
DL ORHER L 2 ¥ B D L X% (HgCdTe Detector) & DFUFEIZDOWT, £
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NENAHOSE L HRHBICEER T THHET VKT (piezoelectric transducer : PZT)
FE]Y M, PAAERORKEEIC X AMAECEREES R T+ 288 %2 1T
W) P EIHEILTWA, FORRE Fig. 32210077, o bHLMRE IS a
V7UV§&U%H£K@9LTW5O.

BABENVZROD5E. EAVACSKITEZERNZIT) 25, HEORMARLAERS
BWESIZLRITHERL2Y, LEL, BERXEEREZHVWRVERY V—F—t2Ee
(AT T B 2 LIIARFEE T, AT OS> O/MUIZTEE L T < Wb K6 L I
AR BMEPITFE-TLED, 20D, R ERFEABRER > THWRWEETH
oT%\%%ﬁﬁ%ﬁ&i&otm%ﬁﬁiﬁﬁtotbLTI&ny7UVV%E:T
BEMNDD, FZ T Herriot Bl )LD 2 B DOED 5 H AHS & IXHUOEIZ PZT 2EY £+
. SEEBICHTREE RS v T Y ORI BV A H S (Fig. 3.23) [3.6]. £
DFER% Fig. 324 177, IO bHALARE T 7 ) VO V0 BEIES L
TG, ' .

ABFETH . Hemiot BIE AV ERNTWAHR, A RRRIRYUER LICEZIREISE 5T
. AHEE EAHOB R Db~y Dy ZICE— 5 R FHHEBIE 5.2 7 (Fig. 325,
Fig. 32.6) , T—#IiX AC, DC lE—F 2R MAlz, £z, REOERESET—FEEX D
DIz —F OEREICREREE DT, WL OoMNRRBWNTRH LK,

ERERDO—H % Fig. 3271277, HPOHLMR K 5 ITIRENZ 1L KRB TIEBIREIC
TV UUBRBRIESNE R, BEEMZEATT Y UMl T3, Fig 325 6
b5 EOICE—FOBRYVMITFITLY, T=F 2o NMTND S IRENTENAVORFI5H
Ikt LCRIB OB & EFORB b Mbo>TV 5, & ZICBWCHIEHRDREBNE Silver
ORLEZEIIC, 7V PR LTENTHL0, ETOREIHE VAR LTV 22,

KEBRTITACE—F L DCE—F 2V, EHITDCE—F TIIEBEELM/NF— )
BLERTHEZ, £, BEEOWTHIEENMREOESGVWRES, K& IE2EX
HLOERALTHIL FRELTTIACE—F LS THIHZONWT—ET ) VO
BERBHolzn, ZOMAEDLREIIBWTHLE—FIZ LTEORY (1T HFIZX Y MO E
BVBE LB LE, Zhid, T4, EBIVZORMEENRAET B RBOEE L
T KL BALE @ERRDEAY VL IR VY IRLREET AR, 1T RE)
KEBEBIRERHNE-RFLEOTyFU7ICEV 7Y v OOMBEEZRELTND2HDEEXD
b,



FIE  AF L DREFAEHLORE

3.2.2 HHRUEERER
2HEEHORBHIR L THEMEN D D2 HRT 572DIT, Fig. 3.2.8 DX DT 2FEDOHM £
2 UEENAB R EIZ3ESORE LT, ZOFIRILUTOLEEY THD,
B2 RIE DRI BT, UCH, . 2CH, ZHENITR LT
© #H#EHAEA (0.63hPa) |
@ HEHEH ZRE L.sin Ipc.se (K3 3HEOREMEZ FHMEL) |
@ HEZEHER (154 ; "CH D L _R—2 54 LV LV ETHAOT 51 T)
1YL 70 LT, 24 HERTREERTT -T2,
F—DREHIX L THRIEN D B0 2 HBT B 0IC, A SV HEE 100 FRIE&AT
WEH{BR,). # 8 #RiE%. 100 EIORIEZFTVEEHER)

8=(Rys1 /Ry-1)X1000 [ %o ] o | (3.8)
DFEIC X VMERFEDEDOELZ BRI LTz,

ERMHBERAERD 5 HO-1 : 2 FEOREHII L THRIA S 5010\ T ORRE
Fig. 3291277, BF, B UDICHELZ RA)DELZERE (=1 ) L LTHD 5 EIORIE
PR LI, MEYVBELIADOXIIZHEEIZRNFEERMELZR LTS, RBYRA)DIELEH
BLTHAD L, L—F—ITXDRETIX

R(B)/R(A) =1.0083 * 0.0003 (3.9)
Ly BEOWEHIZ X ARIEREREN
R(B)/R(A)=1.0085 = 0.0002 (3.10)
Thar-H., HEBEIBOTRNV—HKELTWAZI LIZRD, LoTIDRRTL—F—%4
YT & B BT 03% & E 2T, '
Kz, ﬁﬁﬁﬁéﬁ%’%ﬁ%%@ 5 HQ-2: A—FRBHIX L THERMER D DI 2N TORR
% Fig. 3.2.10 127”7, EEBRTIIK 60 REICE > THIEZER LTz, ZOR, KMiTEH#Hz

DTS OEREET 15 BEE 2 2 ERRR LTS8, RIEMICZ DRERKICHT D
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EEIHBERESN T, "CH, . "CH, FNFNORIEICH L TR E LT RQBMEBR L
TEBIEMENZ D, R, ORIERIT 100 BIOREBEDEHEZ FHVTWD A Z D 100 B]D
BB BIBEFEZEIL 0.06 %ol FIZINE > TWA T2, Fig.3.2.10 XD £ 0.1 %A F
DRI CHERBORE R T TH S = LAEES I,

3.2.3 [FEIfCékHLBIE LR
(a) Ak

CH, /CH, DRIE DI 3 MEDORRGFHEEOHNM 2 AE L, 3 MEORRGEEE
OREHIBISHBAY - LERFARICBOTERSL TN b0 THY . HEMHIZE
5T, FDOSD L CHHLENPUDREI N LDTHS (Table 3.1)

(b) FINZALERIE R .

R RITE EBR T, BB RN LI BINT, "CH,. “CH, Z BRI
LT ' _
REES AEA BB X @ 0.63hPa) |
FRAEH ZHE Lrsiv Ipc: st

BEZHER (K155 "CH, D In SR—=Z T A U LV ETRAT 5 £ T),
HEp T 2EA (BB Y. Z:0.63hPa) |

A ZARE L. saw Inc:sa

® BEZEHR

B1HA 20 ELTRIERTT O,

© ® ©® © ©

(c) “CH;D D&

SRS IR BRI EAR L —F — 2 X - T "CH;D DFBES % PCH,. "CH, 125 L THIRN %
fTolz, FOFRE, PCHy Tik "CH:D OEERPEMICKITTI ENHHALL, ZOEE
EESVMIOD 257 100 %ot T 5 L. 8°C TH 0.6 %BltT3HDTH -7z (Fig. 3.2.11),
w47, BCH, /2CH, DRIV TR E 03 %o & S - 7248 "CH;D OIFEEEIC X 0 HIE
AT 57, "CHD I X ABERLETH ) . F— & MEIT X - TRS Lz,
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d 7— 7L
AREITEN BTz BCH, ORIGERIZ 1T 2CHD OWRPGRBIEE L TV B, HFRE

B33 r(PCH)IX

r’(*CH,) = r("*CH,) - Ap[°CH;D} (3.12)

DL SiIcEXUD . Ap[’CH;DI 2CH,D (25195 REMREK L ABHED R4 D B
ADTEIEE (EESTZOHE. 1) OFET5, LoT, §°Cik

R=r(’CHy)/r(>CHy) : (3.13)
§"C = (Rsample / Rsandera = 1) X 1000 [%o] ° ; (3.14)
I, kDB ENTEB, )

I RBOTRGI)LREERESA TV S e, BE X ITRT 338 Y 08°C Ofl
EL D REURE Ap 2ROz, K BEIZIE. 2000/3/18 DREITIWTHE X 13T 58
kY D1[EEDSC ORIELY

Ap = 4.944¢-5 (3.15)
Lirol, T OEKE 2000624 ORIEE ST, ZHLAED S RIOREITHEA L, Z0fk
ST EIED CH, . “CH, DHBEEIC L VBT 37, REREE X L XRITRDIAE
PRBEIZIVBETDZLLARETHIN, BEOHANLTI LABEREEAD I LK
BHRBTONERNTDS,

(e) BIERERLEBR

REDH 6, 2000/3/18 35 & T 2000/6/24 O 2 BN T, Z DEER % Table 3.2 12777,

ZORER, L—F - XBRIETIE.

8%C= 8796 = 0.027[%] GREIY) (3.16)
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§3C= 29329 * 0.024 [%] (F¥t2Z) (3.17)
(1 FORE (2 WRIFE 100 E) OEEERE © <0.03%0)

Lizy | BESWEFIZXBRETI

§%C= 88 = 02[%)] GUEY) . (3.18)

sC= 293 * 02[%] (k2 - (3.19)
ThD, L—F—ItXBREROTHOEESHFIC LD REICEREOHMANITNE > T
B . FEAEOE TN BVERERLTVABRIL -
Q@ﬁﬂﬁﬁﬁ&&waf&éﬁ\&Wﬁ®é&ﬂ%f5%ﬁ%kﬁlmwaﬁﬁiﬁﬁ\
B ZREERIEE LTRYVIED Z N TE, SRIOERBREZOEE L TRIDHDIZ LA
X%, SEIOREHIHE: CH, THHID, ABREOHFRELBDLI LN TES 0.63%

DOMEED CH, 2EHAS 100hPa HIVUTKEE 0.027% B MEFF T 2 L2 D, S HICHKEZBUT
BT 0.3% TR £ CREFIF 71T 600ppm FFORE TRIESAHEL VR D
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LASER

 DEWAR ASPHERIC:

LENS

BSORPTION
CELL

HgCdTe
DETECTOR

Fig. 3.2.1 : Schematic diagram of etalon reduction scheme by using PZTs [3.5]

— 102 —



HIE XY DREFREEORE

(a) PZTs Off

ABSORBANCE
3.1x10°5

(b) PZTs On

Fig. 3.2.1 : Effect of PZT [3.5]
(a) PZT off
(b) PZT on -
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BEIE A X U ORFEFRMAKRL ORIE

ABSORPTION GELL o
_/_ 4 /SHAFT

'MIRROR— N T Pz

VACUUM COUPLING

Fig. 3.2.3 : Schematic diagram of etalon reduction scheme by using PZTs for
Herriot cell [3.6]
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al

bl -

Fig. 3.2.4 : Effect of PZT for Herriot cell [3.6]
(c) PZT off
(d) PZT on
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Astigmatic mirrors

®

O,

n

L
[ o S

(a) Side view.

L
| P I S

L

(b) Upper view

Fig. 3.2.5 : Vibrator setting for Herriot cell 1
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Fig. 3.2.6 : Vibrator setting for Herriot cell 2
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Lt/ Inc of "CH4 [ a.u. ]

18.23

18.22

18.21 .-

18.2

18.19

18.18 |

18.17

18.16

T ‘ —
off on
- —>— —>
1 3
‘ !
o ¢ K - J
' ; g .
h ' j ' .l
R S S BF = S
) []' i
y ) I’ln Ny [ lw pINT 191 T s y
i 1 ’ ol LA MI e "JgSJ,
— Ny T — - = — - —— —— i 3t

100 200 300 400

Time [ sec. |

Fig. 3.2.7 : Effect of vibrator for Herriot cell
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Multi-pass Cell
(Modified Herriot Cell)

Laser Unit #1
Modu]ator/ ZDMW vt R
Controller

Laser Unit#2 |

Modulator / 2‘:’— -—
]i ' Controller | - *
§2f13 Detector #1

1 Lock-in Amplifier J¢——{ -

S---ToT

to
r—‘ Low-pass Filter 14— Vacuum
A v P
4 r g 2fi2 Detector #2 ump
Lock-in Amplifie7|4—r-[j— -

-—

Low-pass Filter [+

Sample  Standard
PC Gas Gas

A4

Fig. 3.2.8 : Schematic diagram of reappearance
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€& R(A) HE:RB

1.009
N |
1008 — — — W — — _ _ _ _ _ _ _ _ _ _ _ _ _ _]
Y A
1.001 |~ — — — — — — —
1000 — —— — _®_. - . _ _ ___
\ 4 " e
0.999 . !
0.0 1.0 2.0

Time [ hour ]

Fig. 3.2.9 : Result of reproducibility @
Normalized by the first of R(A)
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[ %o ]

)

BT %
- _ >
0.2 i 0 © o do © 8 )
! @328 o Q0 oo © @90 ]
0.1 - O Q. () o) aV- " M O D A ) S < .:
i &8 ot SR .
O —— s o Qg..
o 8
-0.1 Ono (83 © & S ‘O’o- e Wile - ]
5 009 © ®©° o
~0.2 e AO 0.0 &
O .
.0 ]
-03 T
2/3 2/4 - 2/5 2/6
Date [ MM/DD ]

Fig. 3.2.10 : Result of reproducibility @
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12CH,D

13CH, : R(2)

Fig. 3.2.11 : Interference of '*CH;D about *CH, R(2) line
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Table 3.1 : 8D and 8'"°C of sample X, Y, and Z by mass spectrometry

[*/oo]
Sample X Y Z
OD (V-SMOW scale) -191.8 -289.9 -190.3
Precision +/- 2.8
8"°C (V-PDBscale) ~ -66.6 -58.4 -39.2
Precision - +/-0.2
Table 3.2 : Results of 8'°C: 13CH4/'2CH4 ratio measurement
[%/00]
Scale X Y Z
GC-MS V-PDB -66.6 -58.4 -39.2
Sample X 0.0 8.796 29.323
Date Run
2000/3/18 1 - 8.796 -
Laser 2 - 8.798 -
spectroscopy 2000/6/24 1 - 8.822 -
(modified 2 - 8.768 -
Herriot-type 3 - - 29.346
Cell) 4 - - 29.312
Mean value 8.796 29.329
Precision +/-0.027 +/- 0.024
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BAE A7 OXRREMELORIE

ZOBETHE, £V A Y OAKRAMEL (“CHD/CH,y (3D) ) ORIEIA I ED
56, HIRE UTHWAMBILIRSBILE R L —F— RAEBEAL L LTHWERERLE
Mmm@ﬂw%mowrmﬁbt;%% IIREFRYNER L —F—X, BEHE D Fabry-Perot H
PEAEL - —O—HOBMEICEKFH I—T 4V L b DR L —F—E L LTAV,
b I —HOERK OB & BB L TL—F—IERE R L LOTH S, BREH
OESRRE L ETEF L ORTAICLY . BRERSRESND D, L—F —HEORE
MBOBHTL — P —RIBENFAREL LD, 20D, B—F— FTh 258 5EEROR
bEﬂS‘EI‘EJ:tCU DHITRELIENRE NZ D, B TIITA Y hR =247 126

@ PCHyD OWRHRDBIR D723 D4y &k 3612 ERED CH,D / CH, DRIE DRI L LT,
“CHyD. "CHy ZhEhORIEICAWE, | ‘

BA%E L7z Matrix Bt /V13, Chernin M ZE L7z Multipul Optical Matrix System &5
EHHE 2 RHCRELLSI b3 Lk bOTo5, Chemin ORK L7212 250
REFGE L A MO LA REFSEEICITFIBRO KA S AT, ZORMEOND 247
LBV AR 2ES5ORHFTD LD bOTEANAREFRIRIERT

EHIR R RN ENL TH S, LA L, Chemin HHEMNED B X 5122 DLV ITEHEE
EACEB DD & AFIZR L THEES TR TLE S KAARSH 72, ZHid Chernin ®
TR EEE B OFEE RIS T3 KEERHEARIC 237D THY . a2 EERERI
HEHT 5 K DI TR LICOBRRFRICH N 2% L7z Matrix Bl L ThD, AHETIZT
4Vbﬁv—ﬁﬁ\%Kﬁ&gwwﬁw”OﬁD@Mﬁtmmétb&&wﬁﬁf%D&ﬁ
5, RAEBEEBTLILD, AETHLZICRHZ LELEZLOTHS, ZOKE. NA
f 540cc T, 300m DYEHER % FEH L1z, ,

EBED CHD / PCH, DRIERRIZ OV TRz, "CHD BIEEEND RN 20, 20
EBRIHR S CHy OBRORIROREEZTH Y, FEITHANTZ “CHD 0 2v, *Ry(7)
MY, HEEL, NEERLEREET TR LRV, PCH, 18 LU PCH, DFRIX
MOBEZIT TS, T, EBEO "CHD / "CH, DRIEER TIX. 6D B L U6 C
DIEAE T BERERE B D | AR DSC DIESE A AU . 2CH, 3 X 08 CH,
G&Wﬁw%ﬁéﬁﬁb —HAEIT XD RIRELDSD BKEE 0.7 %o THETE B Z
LERFEIHE L,
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4.1 "CH;D / "CH, DRI EE
4.1.1 SMERIEIRAF RN MR L — Y — .

Bk, V=P KBS REEIT D HE, TOL—F—KOREIHIR S h 3 E A
&otoﬁ%v—f—%ﬁﬁv—f—ﬁwﬁu‘%ﬁ&&u@ﬁﬁﬁb\iwmanem
L= — & X 2Dy NV R PDRD & 5 1L —F—DRIFEE L RIS S35 LT
NBHEDBTRTH LML, O%b, BEEELSEBI SI0HER DS, &
IGERMRRTH O bR D HBDV & DBEBFRITH BT SR HR B R L —
—Th 5, .

$¢®¥§¢y—¥—u\Eﬁ%®ﬁﬁf5%%ﬁ%ﬁ%ﬁ&Lfv—f—%%%%%
ﬁ?éo10&%\%ﬁTéﬁEﬁV—%—ﬂgwﬂ%@%kﬁﬁﬁ%%%%ﬂiD1$
bDVIEERDOREET— FTHRESNS, §°C ORI A= distributed feedback (DFB)¥-i&
B —Y =3 311 TRz LS IcE—F— FTRIES 525, BERSERIC L 3 EERLE
% 0.1nm/K. 0.001nm/mA B LREOROVERBICK U OB I BITI3SE % I 178
BThB, K, D70 1| SORNEIES & 5 2RSS 356 M0 DFB
AL —F—w Atz s,

SIS RSB ER L — S —TIL, 8% D Fabry-Perot B L — % — 0 —F 0 BRI
ERRH =T 427 LIebD (T ) VHE, £F 830 um, n=33) % L—F—Eg L
LTHW T (Fig. 4.1.1,4.1.2) . EHTEFICITETHE 600 line/mm, 7L —X3E 1.6 um.
AuZBEER e, HRBENB LUCHAND 2 Y A— MZiE GELTECH 48 1.55mm 2 4
B LA FEERTE L > R (Code 350230, = 4.51 mm, LA 4.95 mm 35 & U¥ Code 350150, = 2.00
mm, B 2.00mm) AV, L—PF B D OB~ DRI EFE T 1m0 L
TEEICTATRIL R > TO RN E B —F— FTRIE LAV 20, XYZ 27— D0phi ) 4
OERABERTHEEL —F —DERF I —F 1 L Vel LBEBE L 2 A— gy 1y
REOBEWE L (Fig 4.13) . 7— MK & I EHHET-O FHEHI L — R
BLOVZAOBFTEREER L, & OITEITEME L HBRENEI—KT 3 L5 IcREL
72[42), TD L &, Fabry-Perot BB L —F— Db 5 —F OB KEHAIO BT & [T
L ORICL—F IR A S 5, |

0 X 5 IR & VI A SRR L —F — ORI A

A =2d-sin® “4.1)
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d : EHTHET DRSS 600 line/mm
6 : Fabry-Perot Y-8 (K L — 4 — D& KA D EEREH & El?ﬁ%? EDRT A

KIOT%Eéhé(Hg4m)oB&ﬁﬂeﬁ%f®t%\%ﬁ&EAdL%mmmG
b3, _
WRAEISEBIDICPLT (F %AW Lf 75 A—5 (New Focus HH) &
WTREFBFE2XET57 — A% EES Y, v 7 e 2 — X IEERIIPAXKES
B9z i 1 14 DABE T A LT 12000 DX 7 E—F— (Y L8248 (2@
Sz, PZT BHBICKRE 2B L ). WREEEO DIV,

BUE LT AL IRBR B BR L —13 1.59 ~ 1.67 yum DE B CTH—F— FRIES
Bic, UL, EEIRBES 40 mm Th 3 OME— FEFRIL 40 pm &2 0. = hick
HT5F— MRy 7 FIBREBREFHOENIZE-> T, L—F—ORERRESEEICE
mf%:k)ﬁﬁméhto:@eﬂﬁﬂUf;yayuyf®ﬁ%%iﬁﬁﬁﬁbfm
BLEXBND, ) AT 5V LU RORMBIEBIL 1.5 um AOWAD b OREM L.
A2 1.60 pm LLEDHERBTIIHRB/E L TL BEDIZE— FRy 73R I > T35 &
Ezxbhad,

V=P —RFOREPET S LBIERRESEH TS, ZhEh<hdlL —F—Ea
YA=2a Ly XeWOMFI e —F =~ 0 MY —I X2 2B =V F 2 BT
2 UTIRERE(LE R Lz (ILX Light wave LDT-5412) . X 5 IZ[EfilkF2 X342 7
— AT G ONMMLRBILEE L —F—2 T 7 VA D — XA THVBEL(C28mE L
(Fig. 4.1.5,4.1.6) , |

S EIRYE U 7o AR IR ER L~ — 13 CHD D 2v, N ROBRIROBEREI L 3
IR 2 LRICHERLEMICE VBIEBIRAVWSZOEIO | K2 NESSI L &
%éﬁ%?%VV~5%@@$&T%%KWDELTV6°mbﬁéntv~$—%ﬁﬁ
B 2@l U COSRIBBIC L > TZHREND (Fig. 4.1.7) |

ERZEMDOTDIZIIBRE L2 @B LERHB TR SN L—F— R OBmEL %
Lock-in Amp.ic & »C 3f BT 5., CRBEDOHAIRIEILTOICRD (228 720,
ZOHINE LB BICSRIT, SIEERZ PZT K54 S—2 A LT PZT 1%, Bk
ELEIT>TW5 (Fig. 4.1.8) ,
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4.1.2 BA%E U7z Matrix E XK _

BERL Y, AP TRBRE D /NS BT ARBEDIENT 2 2 RIET 5 HE
KRR LB A DETEBRSRVERB L VRNTE e, HRIIE, &1 b
(White ) M2 U7e | HODIRBHSE & 2 BODXMIBEE b5 U0 S AT AUSASH Y . 4T
ZOEREBDTA4], THERLTOE, BIETH. Heiot OREL w4 b biy
DEIITRY | APFETHHNTNS, Ui L, HITD White = /L% Herriot £/ T 0.5m
BEOIZ7—METIX100mBESRRTH S, )

—77.Chernin i3 Multipul Optical Matrix System &\ E#IHREIH £ L £ IRE[4.5]
LTS, LAL, ZO&NT Chemin HEH 2D 3 X 5 ITIRERPREZLIZTH L 25 A
L72>TW, £ZT, Chemin DA ZLKL, HEBNC LB EA BT LZ[46], =0
R LEZEVERAVWTHBRROL XY 7RARERNE S0 V=7 Mb BN LE[4T,
4.8], ' | ,

E ¥ Chemin DEHITON T LHIZE~S, Fig. 41121BVT, AEROEAY
VYT ABERENTL DT, ZONY VU S ORFEHFEO—ANCITERTEE 24 & 48
BFERICBERE L MBI DRSS 25 LRBEINLTWS, —F, N UL S OEFEHEOME
MITHEWZE LD IREREE T2 4 B—HOXMYEE 39, 40, 41, 42 BMEHHEICRET
LT UM ENLTREINTNS, TEFHEOMBIIHMEOHELFRL Th
V. EOHEFLL 4 FOMHEORBFL LAY O U T OEFHEOEBIZE > T —#
LT3, RRZ IR BREFFEMICRT ONZARNBER 2 LAY SV FHNICAD . 4
Owﬁ%ﬁk2Owﬁﬁﬁ&®an#—ﬁﬁwﬁtkwfﬁﬁﬁ®ﬁ%%@Dﬂbt%\
RBEICAOFARICERENZHOMO 27 26 S 5N, BREMBESINS,

ZOVAT AIRIILEAER% Fig. 4.1.13 O A=Y= MY v o R 2@ L TKIZEH
BT 5, JIRED SN, ANBOEES>T, 4 EORIBEO—>THBE 1 s
39AWHBH5°%wﬁﬁﬁﬁﬂwlﬁﬁéﬁiiimﬁlﬁ%ﬁﬁaﬁﬁénfiﬁﬁ
BIZAT TREEN, A A=~ ) v 7 ZO—HIZE 1 AFy b 1 2165, &5i7. %
RISEREFEOE 1| 2Ky b 1 HBRIOE 2 KW 40 AT bR, 222 bR SAT,
EHEGEE N UCE | UBE~BEORN SRS, Z0L5%. 5 1 kWL TR L o
AR LU 2 XL FRTHE L OMORF 2 REICHEKEZ VIR L2 s, Rk
FRBELIIBRINDIA AV~ Y v 7 RTBITFBE 1 ARy b 1 2ET—{E0E 7
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ARy b 7ICBIELICERIC, $ 1 3820 LT, FHEFSEICHEEL TERBIh. 7o
HESERADEOWEELFRLTHY ., H 1 BLIOE 3 HWBORFRA I K 3l
EHT SWEOREF 25 ISBEND, T LT, WYHORBFE bEH S IR 2T
FI3IXNMBEL 41 1T S, B3 D BOEHEE~RT bh, FIhbREOS 4
X8 42 I Hh B, BLED XS B E & HITHBER YV E L%, YL rNT
F 1 RAPFZ L DREDORIHC L > THEE B ORFHE (Fig. 4.1.13 TIX 45 BH) oMY+
DAXRy MEBUHAORBOZBE> TN P VOISR THE LY TSRS B,
EZAN, REMELLT, ZOVAT AREFHOHBESCRITLOMN TR YO
SIBO THWEB 2 RAET ZREOLRPTHEAT S &, BADOERIZY D RBERET L.
HEB PSRN TEBEBNELE L TEHT 5 Z LA TERY, Zh% Fig 4.1.14 THHT 3,
IDOVAT LZHERPIZ, RN 2 ELDERIC iofﬁﬁfiKMN%fwwfnm
DEM BABEATITHENZET B L, ZOEMITAN - TERKLE 1 OFEM 55 OKE
J%wiE%ﬁ%ﬁ®ﬁ%ﬁmgﬂbfﬁﬁzm#hfbio DEY, R IbIEEL
DEHIZE ﬁ®@ﬁﬁ§®2%@ﬁ§FTn6:thméo%of\twméﬁwk%
SBLUNY YV ITOREMTT, N 2w ISR 5 B G S RS 02 B K
E<FNTLEY, BEAORKLARTERRIERDD, EADORKELSH LD
FRILTRONT TRICHLTE R BROA XV HOEHM AR SHHBEO2HRT 2L E
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L, TORNTE, EREFHEL. BHORBHE. 4 SO % b BV 5 A THE Chemnin
DYATLEFRTHLN, ERBIUHBORBE LITHRENZ A XA -V ) v o X
2851 B B DR AMBIE H TRk ChoT, LS 3 KHsin b oK
HERDED I, TEIBRE SN 4 SORBBEDE & 0k b B 1S S L
W5,

Fig. 419 IR L2V OMBSAMEKTH Y . Fig. 4.1.12 125% L7 Chernin D% D & 11
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REHXAOHEOBEN (HER) OMRMBOBENE, % T3 L5 ICFRHE LICRITS
EXPEOENENOMEBRLOMBEDENE ZRITIE, ZEAEEDLBD LI BIER,
E o CHEICET B LOBEITEBT 5, - OREIC Y > THEEES L CRY0RE
ﬁwﬁﬁim%mént4x—97Fuy?xw—WZﬁgmmot%#oHg4MO#B
Ao E 51z, 2oL D RFEAORBAHEIZB TR, AHBEALTAY IS
NIZEASNIERIT 36 A H (BEEFHOREE) ORFERISBFHEN LT L 74t
ZHEND X oiIchoT 3,

Z DRI%E LT RIGEEEV O G OBREUS $h 03 Bk SUFYE R 2 (8 35% H O I+
5&%%?Z£yb%@@&%%#%ﬁ@&?@&m‘%@&EK;DA%%%&@%%
& OFHALE 72 b N H B O THREFHE LITRE SR R0 O/ E N LD
SR, AEEHORRICHSE T 5 RBHELOKMARAR Yy MIFhTh, BEE
HOEEITHS T 2 WEFLOKFARAR S MITHARVNSLTH S, MEEH RB0
#Kowfﬂgiul%iﬁbfﬁ%?éo. ,

Fig 4 L11IZRNT, AHEDDAH LIARAE | AP TRH L TEREHE LORN
v b1 (FERER) KRBT LE Bl KFHAOEBICL ZEBOERITL - T,
FREFE LITRE SN OHRF LA OMEPIAZITECThTA K RT3
& ARy b1 OFREFE LICRTAREMEIL 2 A ZTHEICTRT I'OMBIZR D,
WT, 2AA 2T TRIEAR Y b IO HIeEHA, EREE FicHRb.0 B 2BETHE
X\ T INT, BUERFELICAKR Y b 2 (BEEE) 2853385813, #
0B bEATA ZIT TR THWL0T, Thigksh, KEICL2KEOELDH S
RUCHBFAK Y b 2 ORBILEZFNAC, UBOKHIBATH, FROLHY 0
AEER LBEEHOTEEERAIHVRTIZTTHD, Tio, KEMNE 3 BRUE 4 %t
MBS THRETH D,

EHFETIE, TA Y MR =GO DR DRNERDOE LV EBET 50, &
ﬁﬁkﬁ%ﬁ&@ﬁﬁ%O&n&b\W@anmﬁix%Wf4%—§7bUy?xﬁ%
RESTREND X DI LTz, AYBEOREL I /T2, 8] E 1347 13 510 300m O
HBEBFHERITILRSERTS, LrL, 4E., ECDL X Y O L—F—ROPFFE
ﬁ%i@l%ﬁ%tbv4f—yvbuV7ZL®¥%%W25J5lﬂfmﬂ®1@m®
R L Lz (Fig. 4.1.15,4.1.16) ,

Z @ Matrix BV DERITE L £ 540cc T, Herriot /A 3,200cc I~ 1/6 TH Y,
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BERD 3 ED DI, FIT "CHD RATRRKID X 5 REEED P12 W EHRIZ FIV T 3,
4.1.3 FEFR -

Fabry-Perot Bk L — ' —OBRAMOBEMHE L 0 s, 2V A~ avsh, g
BN & T L— PSR Herriot B2 1V T REA IR -1 BUAE.L 7o Matrix AU L3621
WCEAZINS, .

TOXBERITENRT ALY RO SN, EF Hemiot ¥ DOH4A, 2CH;D, ""CH, T
ZTNEN 100m & 1.1m TH %, Matrix BLEHH /LTl "CH;D OH-E121E4E 189m. *CHA
I3 Im &72 5, RHEEN ZHH L L —F— TR TZH SN, Lock-in Amp.iZ
KoT2RE (L) & Digital Multimeter TEFES (o) ZHHT S (Fig. 4.1.17)

BRI ENTZAEBIL GP-IB VT /=Y F A3 Ea—F B Y AB, e % Ipe THEL
TEEOF— S NBEE(To Tz, ‘

414 BEHEA - BESR |

BB N ~ORBEACHR O OIS BIEEE /3 (Edwards H8) %M\ e, %78k
ﬁ@tbﬁ&*ﬁﬁ%ﬁy7%ﬁwkoébﬂﬁ%%fw#%@ﬁﬁ@%%iﬁét@%
e~V Ay b TiE 12.5mm, Matrix B0 T3 2lmm ORREE LD 7 LF L TAE 2R
B—ZV7 (Edwards ) 2NLTH =R TR 7 L2757 (Fig. 4.1.18) .
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Fig. 4.1.1 : Characteristic of antireflection coating diode laser 1
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Type AP239N5-
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Acenter= 1563.7nm
Ar= 108.99nm

Fig. 4.1.2 : Characteristic of antireflection coating diode laser 2
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Fig. 4.1.3 : Layout of antireflection coating diode laser and collimation lens
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Fig. 4.1.4 : Optical layout of external cavity diode laser
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Fig. 4.1.5 : Layout of external cavity diode laser 1
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Fig. 4.1.6 : Layout of external cavity diode laser 2
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Fig. 4.1.7 : Layout of wavelength stabilization for external cavity diode laser
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-Integrated € PZT Grating Peltier
Controller D“T"er ] Mirror Element
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rf '. Driver Driver
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Ref. Signal to ! {
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y 2f Multimeter

. Personal Computer
of Measurement

Fig. 4.1.8 : Schematic diagram of wavelength stabilization for external cavity diode

laser
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Fig. 4.1.9 : Schematic perspective view showing a first embodiment of

a multiple reflection optical instrument of the present development

110: mount ' 111: main field mirror
112: auxiliary field mirror 113: first objective. mirror
114: second objective mirror 115: third objective mirror
116: fourth objective mirror 117: inlet window

118’: outlet window 120: housing

125: holder
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Fig. 4.1.10 : Explanatory view showing an image matrix in a method of catching the

reflected light using the embodiment shown in Fig.4.1.12

111: main field mirror

117: inlet window
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&7
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244 D L~|18

w4
g Y | T2

Fig. 4.1.11 : Explanatory view showing the relationship between the shift of the
centers of curvature of objective mirrors and the shift of spots on the
main field mirror
111: main field mirror 112: auxiliary field mirror

117: inlet window 118: outlet window
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Fig. 4.1.12 : Schematic perspective view showing Chernin’s multiple

. reflection optical instrument

2: inlet window 4: housing

24: main field mirror 25: auxiliary field mirror
27: outlet window 34: holder

39: first objective mirror 40: second objective mirror
41: third objective mirror 42: fourth objective mirror
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Fig. 4.1.13 : Image matrix by Chernin’s reflected light catching method

24: main field mirror

2: inlet window

27: outlet window

25: auxiliary field mirror

l 46: reflection spot
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Fig. 4.1.14 : Explanatory view related to the shift of a reflected light beam in the

multiple reflection optical instrument
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Fig. 4.1.15 : Image matrix on field mirrors

(11 rows X 10 columns)'
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Fig. 4.1.16 : Image on objective mirrors
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External Cavity Diode

Laser for CH,

External Cavity Diode

— Laser for CH;D

New-Type Multi-Pass

Absorption Cell

I'D‘

Lock-in or DC
Photo- ”:
L1 Signals .
detectors
-~ Ref. Signal
iy ef. Signa
LT\ M
vy Y \ Y
Lock-in Amp. Digital Lock-in Amp. Digital
2f Multimeter 2f Multimeter
for CH;D (1,9 for CH;3D (Ipc) for CHy (Iz9) for CH4 (Inc)

Y

Fig. 4.1.17 : Schematic diagram of 6D measurement system
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Fig. 4.1.18 : Layout of cell and exhaust tubes
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4.2 CH,D / *CH, DRIEEZBK

4.2.1 ¥

CHD /*CH, DRED eI 3 RO KAAFAEE OREH L "CH, 25 99.8% DEHEN 2 %
FE LT, 3 EORAMITEEOREHIRRA TEAY - SHFEEICB O TEET R L LT
EALTWALOTHY ., BEMTEHC L > TEDSD 6"C 3% 5 LoRlE S hiz b0

T&h3 (Tabled.l) ,

412@&%%@%%& ‘
R AL RIE ER TIX, B REOR LK VIZR VT, “CHD . “CH, #hEh

izt LT

Q @ 8 ® ©@ 6 6

© @

N=R T A PE L.onr « Ipcion - (2 BPREIRR 100 [E)
S AEA B U ehPa) . .

BEHES ZRUTE L. v Inc:st

SUEHER, (19597 5 "CHy O L Bsm R 54 2 LN E THAOT B ET)
N—x§4yﬁﬁbmj\bou(2@%@umﬁ)‘

BUEHT XX (BB V. W, UCH, B 2 : 63hPa) .
B R T son Toc,sn

NR—=2F A BNE Lo nt ~ Inc.onn (2 FOMHRE 100 [E) |
2R

1Y A7V ELTRIERTTD,

423 F— 2

%?@EK%%?@rﬁ%%iUN—X§4VﬁE%H5k\%ﬁﬁ%@%%
[Std] = L. s/ Ioc s~ (Latso.o1 / Toc 0.t + atso.n/ Toc so.n ) /2, (4.4)
BB ADHE
r[Sam] = Iys.sa/ Inc:sa— (Lor:0.n/ Inc:ont Lf:0n+1 / Inc.one1 )/ 2 4.5)
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kA,
AREIZHV ST PCH;D DORINARIZIE "CH, 3 L O PCH, DRIGHE N EE LT\ BT
b, HFREHSET S (PCHDIE '

r’(?CH;D) = r("*CH;D) — A ;5[ *CH,] - Aj3[°CH,) X (4.6)

DESITEELD I, Ap["CH]. Ap[PCHIZZHEN "CH,, “CH, IR 3 RAREK
LERUEN RIS T DRRIN A DIFEE (BN AOBE, 1) OMELT 5, LoT, 8Dk

R =r'(*CH;D) / r(**CH,) o ‘ 4.7)
8D =( RSamp;e / Rtandera — 1) ‘ X 1000 [%o] | S 4.8)
£V, RDBZENTEXS,

CZZRBWTHRA@.O)IIRAFEEE 2 DEATWA D, 3k U IZx+ 538 v, “CH,
CTRFET ADED DRIEX Y 2 DORMEK An. Ay BRDI, KOBEITIZ, 2B U K

B UCHL B ADSD DREL Y A% Ap THEL, B Ulcxh+ 2388 Vv 08D Ol

ELY Ap KD, 2001/6/12 DRIEIZBNTRE U I35 vo 1 [mEE BcH,
BHEHS 2 DD DRIE XV

A, =-0.19081 . 4.9)

A =- 2.2277e-4 (4.10)
ERrole, ZOFREE 2001/6/12 O ZNLED 5 FOBRIEICH WL, ZOFRKITERBD
“CH,D . “CH, DRKEEICL VBT B0, HREERE 22 L X3RO EE RKE
KX OBET S L bARTHEN, BEDHAN LT 5 EABREELD T LICkORE
TOBRERANTH S, Lo, 2001/8/4 DRIEIZBNTHERE UIzxtT 338 vo1[EHE

b BCH, #E 10 2 DsD DHIE L W KRB LIz,
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424 RBHKR L EE

BIED 5 6. 2001/6/12 3 X U 2001/8/4 o 2 [H]} IOWT, %@F%% Table 4.2 _,Tfr

DEER, VP IZ L BWE T, ZIY Hemiot B 2\ et
D= 62 % 0.1([%] (:QFH' V) |
D= 85 £ 12[%] (kW)
(1 EIORE (2 FRHK 100 [B]) OEAERE © <0. 3%)
£72Y | Matrix Bl L 2 VW24
D= 69 + 0.7 [%] G V) | Y
D= 85 * 0.5[%] (B W)
(1 EORE (2 FMEIFE 100 B]) OEERE © <0. 3%)
Lzole, BROHFHZ X BHIZE TIiX
dD= 62 * 20[%)] GBI V)

= 97 * 20[%] GEEwW)

THd, L=F—ilIBHFEZTHOERMIC L 3 HIEI (CRREDOHHEANICINE - T

VW3[4.9],

Z 2T, ¥ Herriot Bl /L & AV 1235 & DREEE & + 1 2%, Maﬁx Bl LB ge0
ﬂ%f}{%iOJ%OJ:‘Té EABERBZNEHN 100m & 189m ThB7H, = DO L BED
HARBETSHS (1.2/0.7 = 1/(100/189) ) 725, HEREHSHTNS. BEIIRES
NTVEEEXLNS, LAL, BWRIEICHNT 1 EORE 2 B 100 &) DIFtER
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i 03%LUANTH Y, Eb o2, ZOEBIZOVTRIZERT 3,
8D®MEEWC®MEKBVTW%&BMT&WWE%%%LT%éO:@&%‘%
BB B RO R B L THD L .

"CH, Rk Rmémm=hLL (417

FEHES 3D : 8"C=1:0.01. (4.18)
rWG@@%ﬁﬁ% 3D :86"C=1:0.12 (4.19)

L7825, ko T, SBIRBALLEA L — P —OREEIT DFB LEE L —F —DEEED
TS0 EES BN LIz, ZOREOCERDL DI 2 850 . 95 1 512 ECDL »#55+
5%umwtFw5$mn@*ﬁwv—%—@ﬁ&ﬁsa%4yfwm%%%ﬁﬁ%mfé
FDIZANIIERE LV ADENS a—F 2 7 ThD, Ak, EAEKICBOT—EL
TEROHARER > TORITER G208, S, WHGER O DR ERICE B
HDBN, =¥ T ) v ORAE LSRR TLESREEDNS, B2 5L LTPZTIZLS
HEICEER D -7 1c D ThH D, PZT IZ X BB TEPE T, PZT OHUBEAL
EREOHEIZERT U S AMB Y | Lock-in BIED 2 AT A T & o b S HESA X < THTE
TRD, FERORN) 7 MBRECEBFSFT OND, £k, PZT BUEEEMT SR
O, PZT ORALE KRR A DRMBOE S OEMEH LN U ELTES . IR
ERESM->TNS, —F, PZT EEAIMCE Y BB B0, 20OETFREIC L OB
WEAED BT, HlE & 21T TOT b REBUC X B3R D72 DI BN 2 BB A -
TLEI, INLZWETHEDITISHAEMANTNS PZT 2L XF U S RO/ LD
XD ENEZLLNS, SEAEMNTVWS PZTIZ 1 ym/ 10V OEREEH 2 - T3
AL ZHE Lum/ 100V ObOREASD LR UEMEMAL E LThE AT Y & RIS <
25, LidL, REEMEZ B LDICERBBROD L0 UL 2 BEME/NS < T5 &
BB 72 5T LE 5 REND B, |

8D DRIEI B THBIIREII B L —F— DL EA DB Ml L —F — |23
LEFDZZ LB TENL, RABFEETHS "CHD : '2CH,=0.06: 1.1 #EZE L LThH.
ABHE 2 VS0 BEC T CORESMIETE3LE2 005,
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Table 4.1 : 8D and 5'°C of sample U, V, and W by mass spectrometry

. [%o0]
Sample .U vV o W .
oD (V-SMOW scale) . -177.9 -183.0 -185.9
Precision +/- 2.0 v
3'>C (V-PDB scale) -39.0 -67.8 -74.0
Precision +/- 0.5
Table 4.2 : Results of 8D: 12CH_;;D/ 12CH4 ratio measufement
: ' i [%/o0]
Scale U \'% w
GC-MS -~ V-SMOW - -1779 -183.0 -185.9
Sample U 0.0 -6.2 -9.7
Date Run
2001/6/12 1 - -6.2 -
(modified 2 - -6.1 -
Laser Herriot-type 3 - - -7.6
Spectroscopy cell) 4 - - -10.0
5 - - -8.7
6 - - -7.6
Mean value -6.2 -85
Precision . +/- 0.1 +/-1.2
2001/8/4 1 - -6.2 -
_(developed 2 - -7.0 -
new-type cell) 3 - -7.6° -
4 - - -9.0
5 - —_— -8.6
6 - - -1.9
Mean value -6.9 -8.5
Precision , +/-0.7 +/- 0.6
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A5y, HRERD, ZOBE, BNHORRE LT, "CH, ORIEIZIE 2v; RG)E.
REBROEERR, RO, RQMOIMEIZE LTI Y, CH, DREITIE 2v; RG)ER & R(0)
MHBELTWB LR LIz,
PCH, / "CHy DRI IRV TARAB 2 RET 3 B4 EEOBVRIE ST 3 2 HIcid
BESLRELRD, 20X RBE, BHEE X 3RAMEHESEE/IRIZT 725, 1
AW DR 2 BB R IT D RVNE I RV, BIEREEL 25, 0B, &
RBITEN L LB ITREDEELZZ TS, DL . TAY MR —HETIHE,
FEROBFRI ZE—IZT 22 L CREOEERLEBTAZI LN TS, EHE %
FETLEEREOHRAATFRIENS, ZOBAORIHROER & LT, “CH,. '2CH,
DWRIEIZ 2vs RQ)BRHS BT & Fdw L72[5.1],
PCHsD / "CHy DRI B RUIRDBRIC OV TIL, 5, SMBIRRAEHK L
—F—ZRBE L, 1.59~1.67um |2 Y 34072 “CH,D DR ~2% mémﬁ% L7z, “CH;D
DERFITIKRZR Y /N2 Y CHy OFERE— FOBRIROEELZ 1T T 5728, 2CH,D
LA UAZOWT FER F—# ZRfE LI, Z0OF—# 1Y) 2CHD ORIE T 2vy
"R(DBAT A Y bR BRI L TR Y . 2 ORI & BEOBEARS L £ b
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CH, / "CH, (8"C) ol kwfmm/XTA&LT@ﬁﬁﬁL ﬁﬁ%%
DNTIRA, %@@”ahﬂTm®mE£%_owfkmt
ﬁ%@ikwfv—%—t%mwékV—%—®ﬂ¥ﬁﬁ®tbmﬁﬁﬁ;énél
Fur7) VIV ERER R TIR3EANDE, 2O a7 ) L Ui
L. BBV AT L E LTOREM 2T 728, IEIAVEZER Herriot £/ S
TELTE—F—2WMO T, ZOWRLETL LT,
e, BEOHEITRNROEEOR FH I 2F—12F 5 2 &L CREDKIFNE 2 B
WCESTHRTEDZ 2R, BHMELRER LK,
HIT. BEICHEL525 "CHD RIVROME % 7 — # I & 0 HE& L. PCH, /
CH, DRI IZIS VN T 0.63% DB E D CH, 3% 100hPa 3 AU HE FE +0.027%0 43 25 C &
5:&&%&Lﬁﬁmo |

5.3 A ¥ DKRRFRNEORE
EBED “CH;D/ "CHy (8D) DRI ERIZOWTIRAT,
WPARRIR & & BITREITA N B IR E U TA SRR B L —  — DRSS I >
WTHER S 5 & & bi, BB & LTRAVVIZIEBIZ I3 BI% L7z Matrix Blb Lz
DUVNTEEMIZ R~ Tz,
RERORUETRIE & 72 5 WK E— FO “CHy, PCH, RIUR OB % 7 — & Iz X 9 HE
BX L. ""CH3D / "CH, DRITEIZI3\ N THli CH, 308445 63hPa TREEE +0. 7% N EB Tx 5 =
EEFLELI, SHIT, SAEMIIRSRAER L —F —DREENS - OEEZED TS
ZEERL, TORERETRTZ L OBEMLEEZ TR LEZS.2).

SAEMREOBRELSEOEHN
ARFROBERBEE LT, HIoftk, HEE BAT D L 41T 2 b e kAL
TL—F—HRIEIC LB AT DT A Y MR EEBRE L= L Ch B, kLl
ERERT BT, BRAERD 3.4um B 7. 7um B OBARIHE DK X 2 BIULES ©
SERBEACT UV, UL, = OB THAIETS 5 E8IK L —F— b & b I
BHBBERTHRHUTERA LRTIUER DRV, S, BRI B0 b5 5
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