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Measurements of the Concentrations of CO,, CH; and N-,O
and the Carbon Isotopic Ratio of CH4 in the Stratosphere

Using a Balloon-borne Cryogenic Sampler
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Gen HasHIDA, Kenji Kawamura, Hideyuki Honba

and Tomizo ITOH

Abstract: Stratospheric air samples have been collected over Japan during the period from
1985 to 1995 using a balloon-borne cryogenic sampler, and then analyzed for the CO,, CH,
and N,O concentrations and the carbon isotopic ratio of CH,. The results showed that the
COy concentration decreased with height in an interval from the tropopause to 20-25 km,
and then became almost constant values above this level. The concentration differences
between the lowermost part of the stratosphere and heights above 20-25 km amounted to
4-8 ppmv. The lower stratospheric COy showed different profiles for different measure-
ments, probably due to annually- and seasonally-dependent poleward air transport and
vertical mixing of stratospheric air near the jet stream. An average increase rate of the
stratospheric COq concentration was estimated to be 1.50 (£0.04) ppmv/year from the data
above 20-25 km. The CH, and NvO concentrations decreased rapidly from about 1750 and
311 ppbv at the tropopause to 550-900 and 30-70 ppbv at 35 km, respectively, due to their
strong destruction through photolysis and chemical reactions. 8'*C value of CH; increased
markedly with height, from —47%q just above the tropopause to about —39%c at 35 km,
which is quite opposite to the vertical profile of the CH, concentration. It was strongly
suggested that the destruction of CH, by the reaction with Cl atoms is responsible for this
steep vertical profile of 6"°C.
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T4 TN IR Y RAIRIEE L, 198547 51995F F TOHIM, BARLZE

ICBW TR A ORE % i L 7. w%ntm* AT A EIZLY, WEw)

Fidfh & LTHEE LR CO,, CHy,, N,O ol 3 £ 08 CHy DOVC DA B ST L7
CO, B3, BT 520~25 km DL E %@ e 3T, galE & 32282 ILr L,
FDHE 4~ 8 ppmv TH o7z, LhL, COLBENMDT LS EE R0 —
ELTEST, ZOEKIL, WEETHSCOMAND K AAHEISTERLERICL > TEL D
2k, BLVIEY 2y PRI TORADHRIRGICHLEEZONL, HBERIZE
135 CO, BFEZFE LML TH Y, ZFONVHN 2 BN3141.50 (£0.04) ppmv/year T
720 CHy BXOONO o, ke oy L iimdo o, Ehnw hoks X+
1750 ppbv $ X 18311 ppbv #2535 km £} JT 9550~9003 L O830~70 ppbv FC, ik & 4k
L0 LT, CHy o 8C i, aﬂ%“@ﬁ¢a%wiof,@%MﬁL®%—
M%oﬁwﬁ%km'fwfr—%o«\tnﬁi&ifhawi BN L TwZz, Bl S e 65C ol

A, EZCLET L OWEIIZRRT L0 EE2 5N,

1. BU®IC

HERARKIC BV T b EELREMREAERTH B ZFILKFE (CO), 2% (CHy BLU—Bt-g8E
(N2O) 2%, NEOEEIHECZOMEFEDOMIZEH L <L 7 (Rasmussen and Khalil, 1984; Neftel et al.,
1985; Stauffer et al., 1985; Etheridge et al., 1992, 1996; Nakazawa et al., 1993a, b, ¢; Machida et al., 1994, 1995).
DL iR DTN & » THERARBR L T B REEA R S B L5124 0, KREAHIZBIT 5 K4
BOGAIRRE LR L, TOAN =X LEZMUT LD BB E B> Twh, $72, CHy BLUNO

, MEBEREEE LTORL ST, MRECHBEI B 2 BLFEER I B TRORRE R WE L LT
SIEHENT VA, $4bh, HECHL 4, KAHTORLEEAMATSHLABET VAL (OH) OF
HLHEBEETHY, FOBRILOBSRIIB VT, CHy LEFRIZON DHEETH S BILKE (CO) #HERT S
(Levy, 1972; Crutzen, 1973). £ 7z, BUEREIZH T CHy 1 OH DM bhikeEER O (D) RIEHEE T (C) %
EEDORISIZ L > THHML, HBRIZB T LKA LDUIEHE TH L LI, + Vv O bFIC b IS L
Twah, —F, NO i, BBV Tl TLE Th b A, MB‘JL%J BWTEIZEIIC L B0 B &
CO(D) EDRIEIT &> THRL, 4V LR ICHEIRCEKBRILY (NOx) OEREE 2-Tw5
(Crutzen, 1971; Turco, 1985). ZD &) 2BlliAr S b, ZRFADOK %m P EEBERLZ ENEETH D,

AR DOMENRCAAROEE 2 BT L7010, +H LG5V ETL, RN D RMA L RSB %
COMBERM DL IZ Lo TEMENTE 7 (Pearman and Beardsmore, 1984; Blake and Rowland, 1986;
Steele et al., 1987, 1992; Keeling et al., 1989, 1995; Prinn et al., 1990; Nakazawa et al., 1991b, 1993d, 1995, 1996a;
Aoki et al, 1992; Khalil and Rasmussen, 1992; Conway et al.,, 1994; Dlugokencky et al., 1994; Sugawara et al.,
1994; Thompson et al., 1994). L2 L &A%, 4 H  TOHEIMNL, ﬁ‘iﬁlﬁl’\l HrlCHEBE Ao BV TirhbnT
BY, WEEIZE T LSRRI DN T, ZOBIMFLEOWEEIZ LY, BoOTRONZFERE LA S
NT0 OBBIRTH 2. HUEEIZ B 2 BRI OBIE OB, EI4AERCH LH 5V IER2 50
VE—PLr 7 EI28-TirhNTEZ%Y (Ehhalt and Heidt, 1973; Fabian et al., 1981; Rinsland et al.,
1984; Muller et al,, 1985; Abbas and Glenn, 1987; i ftlL, 1989; Gunson et al., 1990; F1#4h, 1992: Russell et al.,
1993; Nakazawa et al., 1995), O MIr DR & SR 2D ST 012 @5 0 e CRUIY 2 i Lo Jikid, &
HREMO T ORLGEEEICREL, BUINL2RICHNTLIETHE. ZONETIE, FELLEC N
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COMS DI ENTELID, PO KEDRER Y AW 0MARTSHY), T2, 2RO — 8% 517
LTBE, M@ L2 TOMT 4 2 8128 5T, BIFFHEDSARURER LT OV T HIEHATE S R
L, hEEWSIRED S B,

F2id, 1985F LK, BLETFEICIHOHEET, KAEKIHER L2043 7)) v 7B 2HVCHA
LZEORBEOZRGERE L, £DCO,, CHi NoO BEEDHHT # 7 Z 119854, 19884, 19914 & 1) 1w, 4
HETIELDWEL TV % EMTHIENTE, T/, 199445 IZ8RE L B4GHIDWTIid, 2 ET
D CHy i EEDM TN Z T, Folifk & A% - #7 L 200 Bk % F T CH FEFRIfAR (8Y°C) ol
bEBLZ KLl T, KAOEBOHEEBMHIRN, ChEITIIERINZT—5 %200, #R%
BT D

2. XBHE

2—1. HEZEROKRE

B P 22 R 1, RAERICHER SN2 S A 432 7)) o 7@ 4 VT, 1986, 1988, 1990, 1995413
5 ATFMUA% 6 A b4y, 1985, 1989, 1991, 1994i2ix 8 A TH A5 9 A EAIZHEMES s, KAEkIE= ALK
BRI, H 0 7)) v FEEIGRTEL A RBIC B LTI S L7, KRR % BV 7 s 2 4
DIREDOFNE L F7HEZ2vTid, Honda (1990) 1Z5EL (RGN TWAEDT, I TIREIBOBIIZL LD 5.
P17 I44% 7)) v FEEOMSINERY. ZO®ER, 12KORF v LAY TVF 27, ik
NN LT 27—, BE, SEE, BER orto—iaz o b, NoF )R ERLEBRINTEY, Fh
LIRTATNVIHORRIIMOENTWD, BH > TN F 2—7OREIZHT60ml T, #OHNEILE I
MHENTWDE, F70, WEHE S HIFFICT S 720, SRARNZ100°C 1IZM# L 245510 Y Pa DHZET 1 %
AU EIZh7 > TR SN, 6B, TV F 2—7 OB E3EBOERIZOBISTE 5122 ~ 3 ARIC
D7zoTIFDbI, RN 7 2L BEHHITET - THT bW A REKREETOFH I THRITION. & T
Fa—7I2E, B —BRE)D A ¥ VLNV TEE SN, o Ah L FERH L TEAMAII D A2 5
Twa, ZROWH) ANBRSZAmONT—XF 2 —7 %l L Tirbh, ZAIREOBIZIE, ARAKIc L i
e 3TH720, %1—7m%“%ﬁ%@ﬁ@#bﬁ4mTT6@uLme W94, B, 1985, 198647
EERTIE, BR2I0ml O 7 ADY > FNF a—T7RHH L7

RERARBIC L ARERLRDOH LR A0, BETUERERCTY Y 7)) 0 7 EER2 G2 54120 m T2
S, SOITHBEADIRE ARG T AT o 72, AEROFER G S5 L £25~35km Th 1), @k
ERDREL, BAIEHEL TIFLPS, FOROOLNIEEIELLEIATITY FIZL ) E—5—BREH/
VT eRMHTAHIEICL > TEITLL KIRESETHRE SN0 RIE, 19864 LLATOFEER TI#11 lsp
THY, TOHBDOERTIINSG lsrp Tho72. 4B, BEREIIELANY ARORO—ZF 2 —7B L vk
— I FIZHEDOEBLAPA-TWVD &, Lﬂfﬂﬂﬁ%%%%Lt%u:nﬁﬁkabi5@?,:hgmm%
Wb FLEPE S, B s LD F FRCRZER D L H I L7

2—2. BEOAE

P E NI TVF 2 —T7UE, FREEGHPHRTHE LT 55912, 1 ABBE SN, 20
%,%%1—7®ﬁﬂ£ﬁ®w1B#&%*ﬁmtbuz%yvx%ﬁ%uﬁ%én,%otﬁﬂ%mwf
COz, N0, CO, CHy DENME SN, 5, RBPEEHNS CO, DAERHHEL, RHE - BEROLE A
e (0%C, 00) B L UHGHEREFM KL (AMC) HillE SN 7z (Gamo et al, 1989, 1995; Nakamura et al.,
w%&%@.w%ﬁﬁﬁﬂéntﬂﬂ’waﬁcmﬂy%%ﬁﬁéﬂt#,%wﬁ&u%ﬁTb.&B,:
NHUAMIE, KEFHHTHHEHRB L UOBEORMAL (0PN, 6%0) oillErfke ok - THBEN
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M1 REERICHER SN 7 74490 7)) v 7 EE OB AN,

F70 HWEKFD TN =TI L 5T, NOA—FR OB SIS e - RS T a (i, 1987: i
fis, 1992).

COq i#F21£0.01 ppmv DAEE & RO IEDHIARINGHTET (NDIR) £ HWT, F72, CHy, N2OBEIZENZE
NWAKERA + Abfiid: (FID) ROETHER LS (ECD) (#fiz7zrxrza< 797 (GC) #HVTH
franz., ENENOFHHEOFEMIZMOTHEIZA NS TLv % (Tanaka et al,, 1983; Nakazawa et al,
1993a, 1993b; Machida et al., 1995; Sugawara et al., 1994, 1996). W FNDIHIZB VT Y, BB Hmk
Hhto—THEDE2EZSy—L, FIATAR/TILI—VERTHERENH, —EDORETHNE~EA
&N7z. FID/GC & ECD/GC 2 & B0 DERIZIE, SEZ2ADE KO 728, Wil GC OFtwit % Mifk4 5 2
AL S TIHBRIZCHK AL, DWEITo72 &4 TV F 2—T7ORFHID X, 3AREDOSHEITV, #
NoHOFEEL AR L LTRA L. $70, EBMAOBHEN A2 X 505 okE i, 3y 7V F a—
TOSFOWHZIZ 1 ETOTITh.

R S NS 20, HIERFIZBWTHEBICHE SN BAN—ADREEARTH ) (Tanaka et al,
1983a, 1987; Aoki et al., 1992; Machida et al., 1995; Nakazawa et al, 1996b), #NFNDWITIZDOWT, 2 Exl%
HHVITIEBICHEHINTWD, oS 1 RIBET ZGESEFIIL VBENIRE IR TnS. CO B L
OF CHy 122V THEER 2 SAREE T 2 LAESEAEHE T 2%, NoO IZ DWW TR 2%, G T v
THE SN, THORHES X ORI LA OS2 120 L THRESNTW D, EBOBBERKOMTI T, %
NENDBITIZDOWT 3 ~ 5 KOS A sNA. £/, K4 D CO, BLCHy DR r—)L
&, BV TANZTREOZR Y Yy T RABEMER (SIO) 27 A ) 7 ilEE KK (NOAA) @ CMDL
(Climate Monitoring and Diagnostics Laboratory) 7 & O EBAY 2224 TIRA SN TV 5 27— )L & Hlghs
fribnTwa, COEIZE LTI, 19874E12 SIO & MO T331~366 ppmv M 4 ADIEHEH 2 % HvT, 77,
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199141213 NOAA/CMDL & ORI T327~376 ppmv O 4 KOKE#e 4 2 % FW T, HIMEDNTTbNT. Z0kt
&, SIO 5 L "NOAA/CMDL (2 & 2 MEMIEHAL KO £ 0.1 ppmv AN T—5 L 7>, CH, 2B LTI,
19914121000, 1550, 2200ppbv ¢ 3 A DFEHE 7 2 A5 AL AL & NOAA/CMDL & OB CHIT ME S, #dbk
FRT—UANPH)T22.6 (£0.8) ppby 7217 NOAA/CMDL 27— L & Wi EACHIB L 7:. B 7% a2,
NOAA/CMDL i3, MR M STV 5 Rasmussen A 47— L 2 3RA LTV 525 (Steele et al., 1987),
BUE, ZORER T —IVIEAHEVEDSRKREOEORHM L2 ENTED, RELASHLATHS, EBE, Fikok
TLHEIZ BT, NOAA/CMDL i3, NIST (National Institute for Standard and Technology) (24 - Tl FE
TRESNIZEETAELHCZRELT->TEY, TOFBIZHILAFERTr— L EDENDF LS ppbv T
HolzZlERIRLA NoO IS L TRBBEHERERZEDO TV LR TH LA, HILKFIZE B HALEZEOH
ZERBLIN R AP BT ORIBLI O &5 81X, NOAA/CMDL (2 & 5 2P OB (Thompson et al., 1994) &
BOTRCHLTVDDT, MHEDBEAr—LOBIZKE BBV IRV EEZ SN,

CO2, CHy, NpO DFREEIZOWTOREREE X, 2N ZN40.1 ppmvy, 3.0 ppbv, 2.0 ppbv LUK & W% &
HITWAD, BTG O K HEROIRAEZ iofﬁ+kt NBDT, 1RKOHY Y TNF 2 — 7 R EHOE S
Mg hIeild D, REEOHE X HERME L 728 213, 19954 18R E LB oflE i v i, CO,
TIEHIHT+0.03 ppmyv, UMtMOTi%ﬂ%nizmmmti07WMT%D,%E%&umc%ot

BRISIEAZ: L9102, iREESITIZ, BARERIZ -EOHME BOThLITbRTWA S, TOROHY L 7L
Fa2—7THTORBOBECTHDRETETLILEXNSH L, COEEICELTIE, £TOH Y TLF 2 —7
IREA AR R CIETHIEL, WM & 8O R ICIRE 2 W7 ZO8E, COLBEEIE b TN R
SEIINS SRS A B, EBEOREEA ORI % £ 3 5 & 5K T0.3 ppmv FLEE O o 1
WESTDHEREL OGN FO00, &40 TVOSHED S S OBEBMIN %51 S 8128 5T, SKEER%
WIEL7:. &b, 1995FEOEBRIIB VT, HICEELLY Y TUF 2— 7 2@ L2720, BAET 2 F Ok
EABIGLRIIZE C, P THO.6 ppmv O IEDSLE TH 572, CHy & NoO IZB LT, 19944 12 B 374
SN T B ) AT LRI, B ORKEZ0OE T EBIBEA L TRIEOBIL2 AN, FORE,
CHy i BB %, & 72 NoO EEE LA IR 2 7% L7278, FRF N ol %14id, A TL.5 ppby & —
0.2ppbv ThH D, WTFNLMERHEDOFHMATHHDT, BEOHHIE I ITHEVI L1217,

2—3. X3 LRFEEMIEFLEORI R

BLRE BT 5 CH40>6‘3 EWET 5700, BESI R R RIS TV DR ZER DD CHy %, £
¥ URRALRE B IC L 5 T CO 122 L 72 (Sugawara et al., 1996). ZBROFMIZLT O Y Th 5. HiEIC
BA SN R h%i#ﬂ%z+b7/7u L, Ehb CO, NO, K#H4, NMHCs (non-methane
hydrocarbons) % B#3 4. KiZ, Schutze i#12L ) CO % COUIMELL, WHAREELS » TTINEKRL.
Z D%, T50°CIZMZA L/2HEGT VI F 2T I EICL 5T CHy % COZBEL L, 2 U7z COp D % iR H

TIWEIL 722834 Lo 7 A0 ZBOMFIHWEL, HULWD, BBEREF O CO, DAL, EEE s 7
WNTOREDOH L BITA /28, v A 70— had—F—% HW T %100ml/min [JHH% L7~ I
WCHBEIE 3 ~ 6lsrp TH D, RBEMIZEOND COp EBIIH 6 ulstp TH - 72,

X8 AL REE AV TE LN CO H > T DOBC I, BEONaic L » THlE X 7. AifFgeCTH
W7 5 #HET IS Finnigan MAT-6S T, 8UC D HTREEI120.02%Td B (Nakazawa et al., 1996a). CH, % %
ELTRONBCOUIMDTARTH D720, I L IS, 70K a—244 Ly bR LA 8¥C
i3, NBS-18% JEakiZ L 72 HARAE A 2128 LTk S, £ OfHiZ V-PDB TR &7 (Nakazawa et al,
1993d). 72, WEAILHBESMETEEOLBENERHELHRT L7720, ATTO@mEY ) v F—IIH FH
LIZRIRZESA (FAMHR) &, B ORIRIZSNT L7z, B ok, COz 3 v 72 N2O A5 AL
Twa e, WMHEDEENH L THDHHI, CO D O°C OHHH~NEHEE 2 5. 22T, MILHEHA/RTO
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NoO DIRADH W% ECD-GC & AV TN, NoO MM RLU T ThHDH 2 & 2R L2 CHD8C o
WAL, TAMNAZHOWTHEEEAEDTERY)ET I EI2L5T0.07% & Higd 7.

3. BRELEE

ARHFIEIZ & - T19854E 7> 5 1995F D 1215 & N 72 COLitsfE, CHy it & CHy @ 8°C, NLO i EED#E L % LUT
WL, ARLEZRIZBITAINSDEZEOEH & DMAIZOVWTERET L.

3—1. “EBtiRFRE

BI2 IZAMBIZ L > THONZHARLEZD CO IREDHBEAZ /R L. B, TOHRIZE, BTRTLED
12, Wil LS TOBMES —HEEInTwahs. ZOMRrS, —fIZ, CO BB IIREIETHIZB W THE
EHITEMIZIKT L, @E20~25km £ ) LETIRRFBEICE T LI DL, 20 L) RiESAiE
Bischof et al. (1985) (2L - T7 5 Y A LZEOMMEIZBEWTIHEM SN TS, Lo L, Nakazawa et al.
(1995) IR L T A L 91, BALRZEIIBITANEEE T L SFREROBOEEEC, 2OEOHEN
Bk &k, 3L b Bischof et al. OBLIFER &~ L T AT AW, KFFEOMEIS D, #R5NT
FHREILL > TRECEL STV B I EDH L, 2T, RxF LA, SEEHBERE, S5O
s LT, $7, BELFREBOTVHMA?SOMHEE LT, KEORESA LK IIZEKT. ZOMD55H
A& D1, 1991, 94, SHEITIIHRE EICB VT L ZBANRESI N T A, T7:, WEER FE L SRERD
HOBERD, BLZF 4006 8ppmy EDFMIZHAZ LA, BRI B L F13km L ETIREDETH
BBLFEREII 2 5 T0AD, BEOLHEASRONLEIEIE, FILoTAERAE T h, H512, 1988
FOEMIITBLRESBERE L7 ~13km ST12H 1), SRR HSPESLH - 8 km LUTFIZH SN A1994EDE

DFRER LT HE, SEHENIB LI ZF5 km biE-TW5b., —F, 1995 0BLE R, BRE 2.9 km »
54.3km OO T AL 4km OEREAIS, #)5ppmv b DEAMBEBERTHH Y, FN L0 LIS ER |2
BoTwh, EWIHIFEHERLTWD, BEBEKATIZ CO ORBEFRRLCHBIEIFIE LI 52 E2 B &,

1 B TR BT B & %288 — 2 DERIHIIZ & - T, KABIEDSEER RS 2R LTWLTHS ). b
SHUSIC B DREBE TRORCTE RO EE L A H X0 L LT, BRH %8 L 70k & nkes B o o shie i
GE, B TR A L7 B KA ORB BN TOMG MA~DKFEBHEBETO NS, §iFclELTE, Wi
[ tﬁ[ﬁthkf%'g PEIFENICBIT A CO2 EDOTEIEAL /N — 2 2NUTITH AT B & vy Nakazawa et al. (1991a)
DRITHRBU O R EERT S L, BREETHO COBEORESA*HRLTVDHEFEZIZ V. LA,
BB OIS EN OB ANDKFERTA, FTHIZBOWTIL D EITRI L EEZLNIRUTHLH. Thbb,
B 3 THUE B A » 72t PR S, B P B &L 1) TR TR <WWN%@T6v&CIOT CO, iR
DEHEPADELEND EEZ HNL. EBEOSMIZIE, FHiRHEIZL > TR L KERFEOBREDEN, &5
VIR ORI L 2 EVRELERLTBY, X515, Vv NAROME R GEENE MG L7
AJOHHEELEEREEH TR LTnbEEZLND.

K2IZWoNES ) —DOERELZHFEL, FiREBAORENHBIELMLCWLZETHE, M4,
BEDERERBAORIE OV HMEOEM AL ERT. ChODMEIZR/N RELZBEATALZIEICL > THONT:
CO: =& D3 2 AEIENNAIET.50 (£0.04) ppmv/year THh o7, —F, HILKFIZL > TEBENT VS
HAR EZEDIF G T OMAEREIANC L 2 &, 19844E 72> 519944F O DR 4 km 2 & BIR AT £ TOEBW

BRI B & £1.49 (£0.06) ppmv/year TH 72 (REERF—). DX D IZ10FEHEO IR 7 Bania

%EL/HA‘u,&%%@C@%%iﬁﬁ%?mﬁﬁ:ﬁ%bf%ﬁ?é:tﬁﬂé.it,¢bﬁﬁu
EHT 5L, OMANITHE L BB TR - TWA I EDHMWEEN. Thbh, K4 IELREE
RS B D COs i B DI % /D ZFEHTHSE L2 ER D S DAL LTELTALE, M50k i2nh,
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CO2 Conc. (ppmv)

M2 HALZED CO, BK DT Hi.

T OEANIIENI 2 5 TB Y, RERINIELT 2 ABUEFASER A & % > T0D I EEFKL TS,
M5 ORI, BT, BIIIEAT1984 ~854E £ 1991 ~ 934 (T {, 1987 ~88EIZEH VI L 2R LTWA. b
LA, ZOEI AR LZEOIETO COMEEE DRI BT 5 4 4 K&, Mo4aIkny 2 BHIRER & 313
—H LTwb (Conway et al., 1994; Nakazawa et al,, 1996a). —F, Hoks PRI CTOBINF L, 1986~89(2
K<, ZOBIMUFEFTTEHL L -TwA, T/, M5256, WEOIRIEAIGIEL D EKEIZB TR/ &
ZELHhE. ITRHOBEER, MHHETREI 572 COBIEDED, BLE4, SEREDENEZMY > TH
MR IEZH/ L 728 0w TEERERL W00 Ly, KB, X4 260 & kg g & of ok
7 13495.5 ppmv TH Y, 1.5 ppmv O¥NEEH VL L, WEEO CO BB IR & TR 4 FEDER

b,
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ACO2 Conc. (ppmv)

3 R TR (FHE20~25 km L 9 E7E) ONIEA SO E LT, SRR RS S O s
LTELZZAREZED COL B DI,

3=2. XFALVREEAFCDRERMFL

CHy i DMIE IF1988F It S, TNETIZ6 MOBAFHENEON TS, MEIZFNFNDED
CHyBEOSES Az R L7z, A7 > OMBEIZBERICE SN, 72, WRBIZBIT AT EMIIERE L
v, L2255 T, BCRGENTOLIHETIE, CHy E RBIFED & 2 A#1750 £50 ppby FEE D12 4%
ToTwa, —F, ZO-PLHLML L HIZ, BEEO CH, e 1B RRN L 58 e & s 2imioml L
TH Y, @HEE3Skm i TEAHRBE O 5 LT D550~900 ppbv 12 F TILTF LTV A, Z0 L 3 AhAalrhibe
T, MEEICBITS OH 42 &2 85 CHy OISR IEBIEIZ LB b D TH B, [kEZ CHy il O 587 554
FINFTTIZH DT STV 5 (Ehhalt and Heidt, 1973; Fabian et al., 1981; Rinsland et al., 1984; Muller
et al., 1985; Abbas and Glenn, 1987; Gunson et al., 1990; Russell et al., 1993).
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WAL KFIZ L > TEB SN TV BRI BT A CHAREDO AAEINNZ & 5 &, 1988~19944F DR O 4x
BV 0 s n#138.9 (£0.7) ppbv/year Td % (Sugawara, 1995). LA LAaA5, KMo 511,
BU Z & DEBEEAKE Wz oIZ, iE [%I 28T CHuikEDOSIMEIN 2S5E 0 S v, BF 6, Bl
Pt SN EEIREIC L o TR THOERE R R - TE Y, WBETO CHy gEILFN LK E (L
WhImEEZ LN,

19944 (TR S N7 EHI D W TIE CH iIE 12N A T, CHaDOBC bl L7z, 712, #4507 CHOO
BC & CHy il & 1205, BRIZHA72 X912, 19944E @B 5V T14 2 16 km 'G%fz‘ééfééntsxw (ki A
WThorz F72, 16km ORBELIHEAD L h o /2720, CHy DOVC Ok ITb R h ol SOOI
LMD LI, Mkm OB TO 8PC1E—47.7%TH Y, ZOfHIZ T TOMFEETO CH»SC DMl
R & 12T~ L T 5 (Stevens and Rust, 1982; Wahlen et al., 1989a, Quay et al., 1991; Lowe et al., 1991,
1994; Sugawara et al., 1996). JMEIZBVTIE, BERHE L TO—47.0%5 H R & 2Rzt L,
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X7 19944 8 H31H D H A L2 BT 5 CHy @ 6"°C & CHy 1 D FNl s i

34.7km TIZ—38.9%I2F TELTWD, F72, @ESMICASNE CHy il L 6'°C oA VAL, I
THLCHIBE LTV, PDB ® BC/Y%C DR A0.0112372TH A Z L # v B & (Craig, 1957), Ll S 7z
ONC offin s, CHYF T OO CHy ORBTIEIGAHETE A, ZHUI LU, 14.0km £34.7km 28112
BCH, #EI41E, #MFN1.05981.069% &% b, ZDZ ki, CHiiltlE DAt - T BCHy & GA I L
TWhHIZERRLTEY, KWEBEIIBITD CHOMEBRISIE > T, EEIZEVIREFART AR » T
HIERBERLTNA.
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INETOREIZBITA CHy O 8PC IZo W TOMEIRIFFIZESNTE Y, K i Lo M E0m
M#11x Wahlen et al. (1989b) (12X BBl L%, B sk, MLZERE VT, Jb#137~48D12.0 km 7 5

18.3 km Dt 4 77 m#fﬁﬁﬁﬂ%hkt A AT - 7ohE R, B LW PCHy O 2 MR L7, 15 OB
&, BT E3.5~8.0km O EEEIZBR LN TV AD, ZORO 87C OO IZARLDORER E - LT
Wh.

W12, BB B W TR & 01 D BOSTTASEST L7230y, Z O & AR O B4R 13 Rayleigh
OUHNZHED . Thbb, RPEFVCH/PCHy DI, C % CHy i, W70 2 9ffis 2 &

ln(%) = (cvflAl)]n(é)\) (1)
E XSS (Davidson et al,, 1987; Quay et al., 1991). 2 2 °C, adHfEK9IERE, T4bb BCH, & YCH,
DRIEHEIE D Pk / Pk) THDH. ZOBIRIIHEDNT, AR CHISE X407 CHy il & Wy ikt RY oxb ik
Ty DL WT ORISR E RS B E1.013& A 720 2O, Cantrell et al. 099m 2L %
OH & DI 30 5 A5 SR $1.0054, 35 X OF Davidson et al. (1987) (245 O('D) EDOKISIZBT A
7RO B R 00T L TR RIS R & v b b, I BT A 9% ﬂ{@mmwt/xbnfwé
OH BLXO(D) EDRIEDOATIE, 0"C DML HI LB A wvE V) 2l h b —F, WL,
Saueressig et al. (1995) 12X » THH T N7 Cl & DIISIZ BT B ARG SE 1L, OH % O('D) &
DB A TIERIZRE , IR BEIZB17 5 CHy @ 8°C D43l 5 T THEE EE 2 5 b,

Cl & DRI B B ARSI N TR TRE W E 2RI T 5 &, 002, BN S 7 6C H b,
Wk T CHy O REDME A Cl LIS LB D0 EHETEALI LIZh A, FBE, Saueressig et
al. (1995) Z 2Pl L 5T, THIREETO Cl & OISO EGE11~13% EdEE LT b, Ko
MR LR TR CET NV ERHOTHE Y KA L 25, FMI0~15%HCl EDBIBIZE BB D & v FE4
SNz RO I35 km £ T &8O T, Saueressig et al. (1995) DHg & HAITIZHET X 2%
A, WFRIEE LT EFA L, 0L % 0UC MBSO CHy MR O 1d, B8 % I
Do THRETAIEICE T, EHIIHERERE G2 ADDEMFEEING. 728218, 700 Rtk ®E
L EDNTHTHE SN E AR BIZ BT T 5 2 &I2X - THEL 2 CL 28, Z o
S & o THEINIA V> ZHIES 5 2 LIS N TV B, 51207 - THIEE O CH, @ 8°C % ille+ %
ZEIZEY, INHOBIEEILGMEREL T A Cl OBE LR T et ) s 4.

3—3. “EM{tEE

N2O G DU I 19914E 12 By & CNFETIZ3MDOMEA Z Sz, N8I S 7 NoO B o ity
S3Ai w o, R R 5 nfgfgﬁofpa)iﬁ;tﬂ@ifé&ziio‘ L #311~312 ppbv TH Y, T OfHIFHALKFEDYHE R
LT b HAEZEOATZEREIN 2 A L TOMMBIN (R%EFET—%), NOAA/CMDL OEERBIZ &H 5
%%ntﬁ%<ﬂmmwnaa”w%)t-ﬁtfwé.ﬂm@f@Npmﬂ%ﬁﬁmﬂmmutthf&
, FRRARAINTVA LS, HilEO NoO EEIZIZIZRER—HTH D, UL, CHy ik & ki
N2O 1SS B R RAA T2 & 8 & I 28UHA L, 35 km 30 Tid30~70ppby BIEIZE TTF A - T 5, fﬂi
R B L B0 B N2O B DFRH AT D D SN THB Y (Goldan et al, 1980; Fabian et al, 1981; Jones et
al., 1984; Muller et al., 1985; Gunson et al.,, 1990; Hirota et al., 1990), #N 5 OHIZITIF—H LTV 5. T D
£ BB ) S AR TR, BUSEIC B VTS NO OHEBKIENH A0 TH L, HETIZF
N0 00'D) L ORIBEENKIZ L 2 HMBEIC L > THEL, FICHZEORIS TR AV Y OEE L LBRO
VY NO RS 5 (McElroy et al, 1971). N0 gL, REICBWT, BXZ0.2% /year DE| & THENNL
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TVLZEPHMSENTV S (Thompson et al, 1994). LA L, KHFZECEIN S W7 B8 E O NLO i o )
[T DAE & OB ’l‘l:’\“’cﬁi&bf}\'%b\???ﬁﬁﬂ'faéfﬂ%i]iLfs‘o‘D, CH, iJE & kR, NoO BEIZ DWW T L
WE e BT & B 72 2 LT E A,

X6 &[X8 ZHEd 2 &, 1991, 1994, 19954E0 NoO i) & CHy il B OSN3 i A5 BT 5 2 kA5 5
t&zw,w%ﬁ@ﬁﬁ%&&&,makthkawwf&&&ﬁum&xwm&étmokmtwﬁma
L%, Wil OEEICEN TV, 22T, 1991, 1994, 1995 OB A CHi—NO Y A T2 20 & L
TR IR, ZOMPE, WA CH—NOBIEY 4 7 75 L EDdb b0 MBI THE S 15 MEE B>
e B, T, TOBRMRIBBIILZES 2 VIEFEH L SIZLSTIHET-ETHE, O, BHsAL
WIS DAALDNEIRA, & B HHEMICIN DRI L - TH R SN/ EA2RM LTV 5, 07 ER
ELT, EH535 00D) #MBMIEOR T LT 28085 N 575, ZRZFNMOBERBRLEGELTWL0
T, MM HFGLLTEZONENETHL. LA, FN5EEOIACTRIER A RO RETE AT F O ik
FEa FRFIZRIE S, S5 ICRAESRIC L A RBIMCEADOKPE L LT, R il 28 A 5k iy 124 U 7
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ARADNEBILELEZ NS,

4, FEDHESHDORE

KEEKIHEB L7 94452 7)) FHEXRVT, 198544 519958 OB 8 [0] 0 ke B 25 4R B IR 4
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7z, 19944E121&, #7212 CHyDOPC DEE S DB S22 L, i & OBRA & Bk CHy O BG83
LA R O L
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