EAAHNIKH AHMOKPATIA

2 Edvikov kou Kanodigtplokov

, Hovemotapiov Adnvev
IAPY®EN TO 1837

TMHMA ®APMAKEYTIKHX
TOMEAX ®APMAKOI'NQZIAY & XHMEIAX ®YIIKOQN ITPOIONTQN

DoToyMuIK pEAETN TOMKAV EKyvMepdtov kedlepynuévov Sideritis cypria Post
(Lamiaceae)

AITTAQMATIKH EPT'AXIA T'TA TO METATITYXIAKO AITIAQMA EIAIKEYXHX
"ATIOMONQXH, ANAIITYZH, [TAPATQI'H & EAET'XOX BIOAPAXTIKOQN
OYZIIKON ITPOIONTQN"

KPYXTAAIA AYTPA
BIOAOI'OZ
AGHNA
2020

Emprénovoa Kabnyntpuo
Ap. EAévn Zxaitod, Kadnyntpa



Tpwpeing Emrponn

ELévn Xxoitod (EmPrénovoa)
Kanynrpia Topéa @appaxoyvoaoiog kot Xnueiog @vowov [poidviaov
Tunpo PoppokevTikng,

EBvikov kot Kamodiotplakoév I[avemotov Adnvov

Muyyoni Paiing
Avaminpotc Kadnynmc Topéa apuakevtikng Teyxvoloyiag
Tunpo GoppokevTikng

EBvikov kol Kamodiotpraxov [avemompov Adnvav

Nworaog T optlaxng

Enrikovpoc KabOnynmg

Tunpo 'eorovikdv Emomuov, Bloteyvoloyiog kot Emoetiung Tpopipmv
Teyxvoroyuco Tavemotyuio Kdmpov

Agpecdg, Kompog.



EYXAPIXTIEX

Evyoapioto Oepuarg v Kadnyntpia k. EAévn ZkoAtod yio v emdoyn tov 0potoc
KoL TN cvveyn emMUELELD Kot KoBodnynomn mov pov mapeiye wg emPrémovcsa kod’ din
™ S1APKELN EKTOVNONG TNG OUTAMUATIKNG LoV EPYOCTOG.

Evyoapiotod v vroynea d1ddxtopa K. Awatepiva-Miyaéia Topov yio m forfeia kot
™ OMPIEN TG

Evyopioto tov Av. KaOnynm . Ocopdvn Kovotaviwvion (Topéag Owoloyiag &
Ta&wvopumg, Tunqua Broloyiag, EKITA) ya 11 ovclaotikég vmodeilels tov wg mpog
NV YE@YPAPIKY -GLOTNHOTIKY Ta&vounomn tov yévoug Sideritis L.

Evyapotew Oepud tov Emik. Kof. k. Nwoiao TLoptlakn, xobdg kor 10
Metadidaktopa k. Avtavn Xpvoapydpn (Texvoroywod IMoveriotiuio Kompov) yio v
TOPOAYDPNOT TOL VTIKOD VAWKV (S. cypria).

Evyapiotd v tpuein eéetaoctikny emrponn Kaf. k. EAévn Xxoitod, Av. Kab. «.
MuionA PéAAn, Enik. Kaf. k. Nikdéiao T wptlaxn.

Eniong, evyapiotd Bepud 6Aovg tovg cuvadéhpovg mov gpydotnkov poli pov oto
EPYUOTNPLO Y10, TO EVYAPIOTO Kol PIAMKO TEPPAALOV.

TéNoG, EVYOPIOTAO TNV OIKOYEVELDL OV Y10, TN GTHPEN TNG.



ABSTRACT

The present thesis focuses on the phytochemical investigation of the traditional
infusions of both leaves and flowers and the methanol extract of the leaves of Sideritis
cypria Post from cultivated populations. In total, 29 different secondary metabolites
were isolated by several analytical techniques and identified by the use of spectroscopic
methods. In particular, a) 12 compounds were isolated from the infusion of the leaves,
categorizing into iridoids, flavonoids, phenylethanoid glucosides and phenolic
derivatives, b) 10 compounds were isolated from the infusion of the flowers belonging
to the same chemical groups and c) 25 compounds were isolated from the methanol
extract of the leaves belonging to diterpenes, sterols, iridoids, flavonoids,
phenylethanoid glucosides, phenolic derivatives, poly-hydroxy derivatives and lipid
acid derivatives.
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IHEPIAHYH

2V Topovoa SIMAMUATIKY] EPYOCIO TPOYUATOTOMONKE 1| GUTOYNUIKY] OVAAVGT] TOL
EYYOUATOG TOV GUAA®MVY, TOV €YYVUATOS T®V avOE®mV Kol TOL PEBAVOAIKOD €YYOUOTOC
TV QOAAOV amd to KoAldepynuévo eidog Sideritis cypria Post amd v Kompo.
SVVOMKA amopovOONKay HECH S1APOP®Y OVOAVTIKAOV TEXVIKMV KOl TOVTOTOWOnKov
(POCUOTOOKOTIKMG 29 devtepoyeveic HeTaPfoAites. AVOALTIKOTEPQ, ATOUOVOONKOV o)
12 ovoieg amd 10 £yyvpa TOV EUAA®V TOV KOTOVELOVTOL GTIG YNUKES KATNYOPiEg TV
1PoE®V, PAUPOVOEWBDV, QOVLAMOAVOEW®V  YAVKOGIWOOV KOl  QOLVOAK®V
napaydywv, B) 10 ovsieg and 10 £yyvpo TV avOEOV TOV KATOVEUOVTOL OTIC YNUIKES
Katnyopieg TV  1P0EW®V, EAAPOVOEWDV, EAVLANBAVOEWI®Y  YAVKOGIOOV,
QOIVOMK®V TOPOYOY®OV KOl TOAL-VIPOEL Tapay®ywv kot O) 25 ovoieg amd 10
peBavolkd exyOAMGHO TOV EOAA®Y TOL KOTAVEUOVTOL OTIS YNUKEG KOTNYopieg TV
durtepmeviev, oTEPOADYV, 1POOEW®V, PAABOVOEIDOV, POIVOANBOVOED®OY YAVKOGIOMV,
POLVOMK®V TOPAYDY®V KOl TOPOYDYOV ATOPOV 0EEDV.
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A . EDATQI'H



A.1. TEQI'PAOCIKH-XYXTHMATIKH TAZEINOMHXH TOY I'ENOYX
Sideritis L.

To yévog Sideritis L. avikel omv owoyéveln tov Aoutidov | XethavOov (Lamiaceae M
Labiatae) tng taéng tov Aopiwdodv (Lamiales), vroowoyévelo Lamioideae (Hecht, 1976; Strid
& Tan, 1991; Fraga et al., 2009; Stanoeva et al., 2015). Tlepiiapupdavel nepiocotepa amd 150
€101 ToWO®V LTV Ta Oomoie EVOVTIOL Gg €0KPOTEG KOl TPOTIKES TEPLOYES TOv Bopeiov
Huoeapiov, oty meproyn e Mecoyeiov, otnv Baikavikn kot Inpikn yepodvnoco, kabmg
Kot otnv kevpikn Evpdnn kot ot Avtiki Acio (Ramos et al., 1994; Gonzalez-Burgos et al.,
2011; Fraga, 2012).

B K1} KoTd £ ideritis L.
Kingdom Plantae
Subkingdom Tracheobionta
Superdivision Embryophyta
Division Tracheophyta
Subdivision Spermatophytina
Class Magnoliopsida
| Subclass Asteridae
Order Lamiales
Ewova 1: T'eoypapikn e&dmlwon Tov yévoug Family Lamiaceae Lind!.
Sideritis (Barber et al., 2002) Genus Sideritis L.

Ocov apopd v to&tvounon, mpokertar yo €vo. eE0PETIKE TOADTAOKO YEVOC, TO OmOio
yopileton mepattépm og dVo vroyévn kot emntd Sections (de Castro & Rivera Nufiez, 1994,
Aneva et al., 2019). H dvokoAio oty To&vounot| Tov £YKELToL o) 6Tov HEYAro aplipd 180V
KOl DTOEWMV TOV YEVOLGS, ) otnv Ttdom mov gpeavilel va vppdonoteitat, y) otV mokiiia
owoTHV kat 8) oto Pabud morvpopeiopod (Gonzalez-Burgos et al., 2011; Kalivas et al.,
2014). To yévog Siderits diakpivetor og dvo vrmoyévn, Sideritis L. kot Leucophae (Mendoza-
Heuer, 1977). To vroyévog Sideritis diakpiveton og técoepa tunquata (sections): Sideritis L.,
Burgsdorffia (Moench) Briquet, Empedoclea (Rafin.) Bentham. kot Hesiodia (Moench)
Bentham., mov efamAdvovtor ot Bopewa Appwcry, omyv Ifnpwn Xepoovnco, ot Méon
Avatoly, kabmg kat oTig TEPLoYES TS Meooyeiov (Gonzalez-Burgos et al., 2011; Stanoeva et
al., 2015). Ta €idn mov avikovv ota sections Hesiodia kot Burgsdorffia eivol povoerr putd,
evm ota sections Sideritis ko Empedoclea givar moAverr. To vmoyévog Leucophae dakpivetan



oe tpio tufpoto (sections): Creticae P. Perez & L. Negrin, Marrubriastrum (Moench.)
Bentham L. ka1 Empedocleopsis Huynh, mov e&anAdvovtatr otnv Makapovneio (Pérez de Paz
& Negrin-Sosa, 1992; Barber et al., 2002; Bojovic et al., 2011; Stanoeva et al., 2015).

Family
Lamiaceae
Genus
Sideritis
Subgenera Subgenera
Sideritis D —> Leucophae
| |
Section Section Section Section Section Section Section
Sideritis Burgsdorffia Empedoclea Hesiodia Creticae Marrubiastrum Empedocleopsis

Ewkéva 2: Duloyevetikd dévrpo tov yévoug Sideritis L. (Stanoeva et al., 2015)

Ymv EALGOa éxovv kataypagel 21 €idn kot vroegidn tov yévovg, 7 ek TV omoimv givat
evonuika (Strid & Tan, 1991; Dimopoulos et al., 2013; Kalivas et al., 2014; Flora of Greece;
The Plant List), eved 15 avrixovv oto section Empedoclea.

IMivakag 1.1.1: Eidn tov yévovg Sideritis L. otv EAAGSa

. r )
DuTIko gidog Tovdvopa Section SOJ’ypa(pmn
e€amioon
S. albiflora Hub.
& Mor - Empedoclea Avotolikd Aryaio
S. clandestina Hetont
(Bory & Chaub) - Empedoclea BAOTOVVIO0G
Hayek (evonuiko)
S. clandestina = Phlomis clandestina Bory &
(Bory & Chaub) Chaub [Tehomdvyncog
Hayek subsp. = S. cretica Sm. Empedoclea (evonuKo)
clandestina = S. syriaca Bory & Chaub
= S. theezans Boiss. & Heldr.
S. clandestina = S. peloponnesiaca Boiss. &  Empedoclea ITeromovvnoog
subsp. Y .
Heldr. (evon ko)

peloponnesiaca




(Boiss. & Heldr.)
Baden

S. theezans subsp.
peloponnesiaca (Boiss. &
Heldr.) Bornm.

S. clandestina subsp.
cyllenea (Boiss.) Papan. &
Kokkini

S. euboea Heldr. - Empedoclea .  Evfoia (evomuiko)
BopegloavatoAikn|
EXLGda,
S. lanata L. - Hesiodia [Tehomdvvnoog,
KvukAddec, Avatolkod
Avyaio
Xteped EALGDa,
®eoocalia, Hrepog,
- M f j
S. montana L. - Hesiodia OLKSSO,WG’ Opain,
EvBoa,
[Tehomdévynoog, vnoid
avatolkol Atyaiov
S. montana L. - ,BOp el EMQM’,
subsp. montana - Hesiodia Hrepog, Tteped
P EAasa
Bopeia EALGOa,
S. montana subsp. Yteped EALGOa,
remota (d’ Urv) S. remota d’ Urv Hesiodia Ebvpoua,
P.W. Ball [Tehomdvvnoog,
Avatolkd Aryaio
®coooiio, Makedovia,
S. perfoliata L. - Empedoclea Yteped EALGOa,
Zopofpdxn
S. perfoliata
subsp. athoa - Ayo ¢
P S. athoa Papan. & Kokkini Empedoclea Ylo Opos, .
(Papan. & ZoapofBpdxn (evomuko)
Kokkini) Baden
. ! I1%
S. perfoliata L. Op Oc,glp & ms lYSOU
- Empedoclea (emiong Tovpkia,

subsp. perfoliata

Kvnpog, Zupia)




= S, sicula subsp. raeseri

[TehomoVvNncog,

S. raeseri Boiss. (Boiss. & Heldr.) Maire & Empedoclea | Yteped EMd&a,’
& Heldr. Petitm Hnepog, @esooorioa,
= S.syriaca Fraas Maoxkedovia
L IT )
S. raeseri Boiss. gkon,owmfog’
Yteped EALGD0,
& Heldr. subsp. - Empedoclea .
. Hrepocg, ®socairia,
raeseri ,
Maxkedovia
S. raeseri subsp.
. . )y i EALGS
attica (Heldr.) S. attica Heldr. Empedoclea T?Sj; u((')o; *
Papan. & Kokkini e
e OAn v EAAGoa
EKTOG TUNUATOV NG
S. romana subsp. Hreipov, g
curvidens (Stapf.) S. curvidens Stapf. Hesiodia Oscoaliog Kot g
Holmboe Maoaxkedoviag (emiong
Tovpxkia, Kdnpog kot
Aipavog)
S. romana subsp. Hrepotikny EAAGOa
urpurea (Talbot - [MTehomé
purp ( S. purpurea Talbot ex Benth. Hesiodia (]fm ¢ OTE,OWT,]GOQ)’
ex Benth.) I6via vnod, Edpora,
Heywood B. Znopadec, KHonpa
= S florida Boiss. & Heldr.
= S. raeseri subsp. florida Bopeta kot Popeto-
S. scardica (Boiss. & Heldr.) Papan. & Empedoclea avatolkn EAAGSa,
Griseb. Kokkini P vt €og to Io,
= S. scardica subsp. ®do0c
longibracteata Papan. &
Kokkini
Nnod Avatoiikoh
S. sipylea Boiss - Empedoclea  Awyaiov (emiong oty
ovtikn Tovpxkia)
Kprm (emiong
S. syriaca L. - Empedoclea Tovpkia, Zvpia,
Aipavog)
S. syriaca L. cciori :
y = S. boissieri Magnier Empedoclea Kpntn (evompuco)

subsp. syriaca

= S cretica Boiss.




Ytv Tovpkia to yévog eknpocmneitol omd 46 €idn, ek v omoimv To 36 givar evonuikd (Celep
et al., 2019), evé otv Kompo éyovv kataypapei uoévo 3 €ion: S. perfoliata L., S. curvidens
Stapf. kot to evonukd S. cypria Post (Hanoglu et al., 2019; Flora of Cyprus).

Ewova 3: T'eoypoeikn eEaniwon tov gidovg
S. cypria Post otrv Kompo (Flora of Cyprus)




A.2. APOI'OBOTANIKH

Ta €idn tov yévovug Sideritis pmopei va givar moéec 1 pikpoi Oauvotl, TOAVETEIC 1| LOVOETEIG e
eEMPPAOS EVAMOT PAaoTO, amoelotwuévo Tpog ) Pdorn tov, cuyvd pe Tpiymua. Pvoviol og
Bpay®on VITooTPOUATO YU AVTO GLVOVTOVTOL, KLUPIOS, G& OPEVES PBPaYDOELS TEPIOYES, EVMD
xpelovtal e UPPOS OAKOAMKO YOHO HE UETPLO TEPIEKTIKOTNTO O OPENTIKA Yo Vo
avartuoyfovv. Ta eOAAa glval otevd, aképatla 1| 000VIOTA, TO KATMOTEPO LE UIGYO EVO T
avatepa dpioyo. Ot ordvdviotl umopei va eivol amopaKpLGHEVOL 1} G€ GTAXVOLOPOT TaSavDia,
xopic Ppaxtia. Exovv pkpd, eppappddita avon Aevko 1 kitpvov ypdpotoc. O kdAvkag Exet
OWANVOELDN LOPON KOl KATAANYEL 000VTMTOG e S5-10 KLAIVOpPOVS VO £Y0VV VELPDGELS KOl UE
5 086vteg ioovg 1 peyaAuTeEPOLG amd Tovg AAAove. H otepdvn sivor pikpodtepn amd Tov KAAVKa,
ocuvnBmg Kitpvn pe 600 yeidn: 10 v yeilog evBL Kol GYEJOV EMIMEDO, EVD TO KAT® YEIAOG
gtvon tpidoPo (Tevvadiog, 1914; Kappdaodag, 1956; Davis, 1982; Strid & Tan, 1991; Gonzalez-
Burgos et al., 2011).

S. cypria Post.: TTolvetéc uto e
EuAmon Pdaom, vyovg 60 cm. ‘Exet
TETPAYOVIGUEVO PAOCTO pe TLUKVO
piyopa. Ta  @OAMa TOL elvan
dlateTayuéva, To €vVa amEVOVTL GTO
GAAO, 0CAP®OG 000VTMOTA, LE TUKVO
PiyoOUe,  Toyd,  oavTIeTPOPMS
Aoyyoegdn, 3-12 x 1-5 cm. Ta dvon
KOTOVELOVTOL OTEPOEWNDS KATW®
oo Ppdxtio pe popeN KLTEAAOL,
etvar Quydpopea ko n ote@dvn £xet
xpoua avoryto kitpwvo. H mepiodog
avBopopiog otapkel amd tov lovvio
¢og T0v Avyovsto. O kapmol
amotelovvtar  and 4 pKpovg
Kapmog. Ovetan g vyoueTpo 300-
925 m. O apOudSg YpOUOCOUATOV
Tov €idovg eivar 2n=30 (Meikle,
1985; Tsintides, 2007; Yildiz et al.,
2006).




A.3. APOI'OIZTOPIA-APOI'OETYMOAOTTA-AAIKH @EPAIIEYTIKH

To yévog Sideritis eivatr yvwotd otnv 1otopion oM 0d T0VE apyoiovg ypovovs. Ilepi tov 1°
alova 1.X. 0 Alookovpidng Katéypaye Tic BEpamenTIKES 1O10TNTEG KOl TN POTOVIKY KOTATAEN
Tov @utov oto PiPrio tov «llepi latpwkng YAnNg avoeepduevog oe Tpelg Xi1dmpitideg
(Wellman, 1906). Ot 600 €&’ avtdv de oyetiCovtar pe to yévog Sideritis, aAld pe €idn mov
avikovv ota yévn Stachys L.  Marrubium L. (ow. Lamiaceae), Poterium L. (ow. Rosaceae),
Scrophularia L. (ow. Scrophulariaceae) (Koppdaoag, 1956; I'evvadiog, 1914). O Kdaporog
Awvaiog Ntav 0 TpdTOG £pELVNTNG-POTAVOAOYOG OV TTEPIEYPAYE TOL €101 TOVL Z1wdnpitn (18°
awovag) (Gonzalez-Burgos et al., 2011).

H ovopooia Sideritis éyet tig pileg g oty eMnvikn AéEN «oidepocy kat aroddOnke 6to uTd
AOY® NG XPNONS TOL GTNV EMOVAWGT TANY®V OV £lyav TPoKANOel amd c1depévia dmAa, OTTMC
BéAn M &lon, otig pbxes. QotdG0, LITAPYEL KOl 1 K0T OTL TO PLTO AMOTEAEL PLGIKY TNYN
oWNpov, 010TL Ta POPNUOTE TOL EUPOVICOLY VYNAN TEPIEKTIKOTNTO TOL GULYKEKPIUEVOL
uetaiiov (Font Quer, 1993; I'komoapne, 1999; Nakiboglou et al., 2007; Gonzalez-Burgos et
al., 2011; Kalivas et al., 2014).

Yty EAGda givar evpémg yvootd og todt Tov Pouvod (mountain tea), evd oe GAAEC ydPEC
ovvavtatol pe o1dpopec ovopaociec. Evdewktikd, avapépovror ot akOAovOes: oto ayyAkd
ironwort (iron=cidepoc), ota Tovpkika adacayi 1 dagcayi, ota pookd zheleznitza (Aneva et
al., 2019; Hanoglu et al., 2019).

[Tepi ta €A g Bulavtivig emoyng avaeépetar og ocvotatikd o 11 cvuvtayég 6to Tpikod
xePpdypa@o tov Nikordov Mupeyod, Avvauepdv, pe drapopetikég kowvég ovopaoisg (Valiakos
et al., 2015):

Bettovikn, Stachys officinalis (L.) Trevis.
dpooiofotavov, Stachys alopecuros (L.) Benth.
AOOVPLOAE, Sideritis syriaca L.
KOKOUTPL
KEGTPOV Bettovikn [vetoniki]

Sideritis syriaca L.

Ta €idn Tov yévoug Sideritis éxovv amoteréost aviikeipevo mAnddpag eBvoPotovikdv pHeretdv
OGOV aQopd TN ¥PNoN TOVG 6N Adikn Bepamevtikn. O Z1dMpitng AvaQEPETOL MG TOVOTIKO,
JoLPNTIKG, ATOTOEIVMOTIKG KOl EVEPYETIKO OTA ALHOPOPA aryyeio TG Kapdds, KaBmg eniong
ypnowonoteital Evavtt twv kpvoroynuatov. To aeéynua amd to VIEPYEW TUNUOTE TOV
YPNOYOTOEITAL Y10 TO KOWVO KPLOAOYNLLOL KO TIC TOUBNGELS TOL OVATTVELGTIKOV/OVPOTOTIKOV
ovotiuotog (Ipokov kot Xkoktod, 1999; Gonzalez-Burgos et al., 2011). To todt tov S.
raeseri kot S. syriaca ypnoionoteitol TopadocIlaKd Y. TNV TOVMOTIKY TOV dpAcT, Tov S.
condensata ypnoylomoleitol ToPAdOGIKE Yol TV avVOKODPLo OO TO GTPES, EVA TOL S.
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scardica g yohopmtiko. Qotdc0, EKTOC O TN YPNOT TOVG OG TGAL, TOAAA €101 avapépovTat
oTNV TOPAS0GLOKY BEPATEVTIKY Y10 TV KATATOAEUNOT 0COEVEIDV KOt TPOPANUdT®V vYyEiag,
eite povo Toug gite 6€ cuvdvaoud pe dAla Oepamevtikd utd (Aneva et al., 2019). Xt Aaiknm
OepamevtiKn, TO Eyyvpo TOV S. Cypria ypNOUOTOIEITOL OC EPOPMTIKO, TOVOTIKO, EVOVTL TOV
OTOHOYIKAOV O10TOPaYDV, TOV TOVOKEPAAOL KOl TOL KooV Kpvoioynuatog (Yoney et al.,
2010; Karousou & Deirmentzoglou, 2011).

Ta €idn S. scardica Griseb., S. clandestina (Bory & Chaub.) Hayek, S. raeseri Boiss. & Heldr.
kot S. syriaca L. givar emonuog avayvopiopéva and tov Evpondikd Opyaviopd @apudkov
(EMA) ¢ mapadoctiokd eapuoka yio tn Oepameio EvavTt Tov Kooy KPLOAOYNLOTOG KOt TOV
Nmov yootpeviepikov dwatapayov (EMA, 2015).



A.4. APOTOPAPMAKOAOI'TA

OYTIKA EIAH

OAPMAKOAOI'IKH APAXH

S. albiflora Hub. - Mor.

- Avro&edotikny dpdon (Gliveng et al., 2005; Deveci et al., 20193;
Deveci et al., 2019b)

- AvtyuxpoPuoxn dpaon (Dulger et al., 2005; Dulger et al., 2006;
Sarac & Ugur, 2007; Askun et al., 2009; Gonzalez-Burgos et al., 2011;
Abeshi et al., 2017; Aneva et al., 2019)

- Avaotol) ovpeacmv (Deveci et al., 2019a)

S. clandestina (Bory &
Chaub.) Hayek subsp.
clandestina

- Ayyorvtikn 6pdon (Vasilopoulou et al., 2013; Kessler et al., 2014)
- Avuo&edotikny dpaon (Vasilopoulou et al., 2013; Dimaki et al.,
2017)

- AvtyuxpopPraxn dpdon (Gergis et al., 1991; Koutsaviti et al., 2013)
- Avuipheypovaddng dpdon (Grigoriadou et al., 2020)

- Meiwon g abnpooxkinpwong (Kaliora & Andrikopoulos, 2005)

- Mzeioon ¢ ooteonopwong (Kassi et al., 2004)

- TIpéinyn oamd vevpoeaptoueveg acbéveieg (Alzheimer, Parkinson)
(Abeshi et al., 2017)

S. clandestina subsp.
peloponnesiaca (Boiss.
& Heldr.)

- Avrtio&edotikn dpdon (Linardaki et al., 2011)

- Avtyukpopraxn dpdon évavit Gram Oetikdv Paxtnpiov (Koutsaviti
etal., 2013)

- Avuipheypovddng dpdon (Grigoriadou et al., 2020)

S. euboea Heldr.

- Avtio&edotikn dpaon (Tsaknis & Lalas, 2005; Gonzalez-Burgos et
al., 2011; Tsibranska et al., 2011)

- AvtyuikpoProxn dpdon évavit Gram Oetikdv Paxtnpiov (Koutsaviti
etal., 2013)

- Apbon wg mpoProtikd (Gonzalez-Burgos et al., 2011)

- Meiwon g ooteomdpmwong (Kassi et al., 2004; Dontas et al., 2011;
Sokolis et al., 2017)

- Meiwon g ohkng xoAnotepding oto aipa (Kassi et al., 2013)

- Bektimon g pvnung (Hofrichter et al., 2016; Ma et al., 2019)

- AvtBpouPotikn dpaon (Georgakopoulou et al., 2019)

S. lanata L.

- Avtyuxpopiakn dpdon (Ugur et al., 2005; Gonzalez-Burgos, 2011;
Koutsaviti et al., 2013)

S. montana L.

- Avtwéedotikn dpaon (Koleva et al., 2003; Bilgin et al., 2018)
- AvimolMamlaciactikn dpdon (Toth et al., 2017)

S. montana L. subsp.
montana

- Avtwé&edotikn dpaon (Emre et al., 2011; Caf et al., 2018)

- Avtyukpoflakn dpdon évavit tov Paktnpiov Escherichia coli,
Bacillus megaterium, Staphulococcus aureus (Kursat & Erecevit, 2009;
Emre et al., 2011)

- Avtywokntuaokn opdon évavtt tov uvkntev Candida glabrata,
Candida albicans (Emre et al., 2011)

- Kvtoto&wn dpdon (Venditti et al., 2016a)
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S. montana subsp.
remota (d’ Urv) P.W.
Ball

- "Evovti otopoyikdv datapaydv (Bulut et al., 2017)

S. perfoliata L.

- Qg dovpnTiKd, Yo T Ogpameio TOV KOWOD KPLOAOYNUATOG, KAO®DC
Ko Y100 T1G Ya.oTpevTEpIkEg dlatapayss (Baytop, 1999)

- Ogpomeio. NG SVOTEYING, CTOUAYIKOV SLOTOPAYDV, OVEUING, TNG
Bpoyyitidag kot Tov KOWOU KPVOAOYAUOTOS. APACT ®C MPEUICTIKO,
kabmg kot og appodiciaxd (Lardos, 2006; Gonzalez-Tejero et al., 2008;
Karousou et al., 2011)

- Avtipheypovaong dpdon (Yeslada et al., 1989; Charami et al., 2008)
- Avto&edotikny dpdon (Charami et al., 2008; Lall et al., 2019;
Sarikurkcu et al., 2020)

- AvuPoxtnplaxn 6pdon (Lall et al., 2019)

- Avtwrepyivkouikn dpdon (Chukwuma et al., 2019)

- Avtwreptaoikn dpdon (Chukwuma et al., 2019)

- Kvrtoto&ikn dpaon (Loizzo et al., 2007)

- Av&avel Ty kavotnro g amopvnudvevong (Oztiirk et al., 1996)

- IIBavn avaotolr] eviopwy mov oyetilovtol pe tn voco Alzheimer
ko Tov Syt (Sarikurkeu et al., 2020)

S. perfoliata subsp.
athoa (Papan. &
Kokkini) Baden.

- AvtyukpoPraxn dpdon Evavit tov Baktnpiov Klebsiella pneumonia,
Staphylococcus aureus, Pseudomonas aeruginosa, Enterococcus
faecalis (Kilig et al., 2003)

- Av&avel v wovotnta e amopvnudvevong (Oztiirk et al., 1996;
Aneva et al., 2019)

S. perfoliata L. subsp.
perfoliata

- AVTI0EEIOOTIKY], OVTIPAEYHOVAOONG, OVTIPEVUOTIKY, OVTITNKTIKY,
QYYELOTPOOTOTEVTIKY, YwvevTikn Opdon (Charami et al.,, 2008;
Gonzalez-Burgos et al., 2011; Lall et al., 2019)

- Avtuxn dpdomn kord Tov 100 Tov amhod Epnnra (Lazari et al., 2006;
Gonzalez-Burgos et al., 2011)

- AvuPoxtnplaxn 6pdon (Lall et al., 2019)

S. raeseri (Boiss. &
Heldr.) subsp. raeseri

- Avtwé&edotikn dpaon (Gabrieli et al., 2005; Gonzalez-Burgos et al.,
2011; Pljevljakusic et al., 2011; Tsibranska et al., 2011; Stagos et al.,
2012; Menkovic et al., 2013)
- ZmaoHOALTIKY]  dpdon
(Brancovic et al., 2011)

- Avtyuxpopiakn dpdon (Stagos et al., 2012)

- Apdon kotd tov éhkovg (Petreska et al., 2011a)

- Avtwpieypovodng dpaon (Gabrieli et al., 1990; Petreska et al.,
2011a; Mencovic¢ et al., 2013)

- AyygloxohopwTikd, vrotactko, kapdiokatevvootikd (Kitic et al.,
2012)

EVOVTL  YOOTPEVIEPIKAOV  OlOTAPOYDV

S. raeseri subsp. attica
(Heldr.) Papan. &
Kokkini

- Avtwéedotikn dpdon (Stagos et al., 2012)

S. romana subsp.
curvidens (Stapf.)
Holmboe

- Avtipaktmpuoxny dpdon (Ugur et al., 2005; Gonzalez-Burgos et al.,
2011)
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S. romana subsp.
purpurea (Talbot ex
Benth.) Heywood

- Avtyukpopraxn dpdon évavtt Gram Oetikdv Paxtnpiov (Koutsaviti
et al., 2013; Tadi¢ et al., 2017)

S. scardica Griseb.

- AvtyukpoPuoxn pdon évavtt tov Poaktnpiov: Staphylococcus
aereus, Streptococcus pyogenes, Corynebacterium pseudotuberculosis,
Pasteurella multocida, Haemophilus sp. (Tadi¢ et al., 2008;
Kostadinova et al., 2008; Gonzalez-Burgos et al., 2011; Tadi¢ et al.,
2012; Todorova et al., 2014; Qazimi et al., 2014; Latté et al., 2016)

- Kvtoto&wn dpdon (Tadi¢ et al., 2012; Danesi et al., 2013; Todorova
& Trendafilova, 2014; Uritu et al., 2018; Jeremic et al., 2019)

- Avro&edotikny dpaon (Koleva et al., 2003; Danesi et al., 2013;
Todorova & Trendafilova, 2014; Georgieva & Mihaylova, 2015; Suica-
Bunghez et al., 2017; Uritu et al., 2018)

- AvtipAgypovmdng dpdon. Xpfon £vavtt ToV KOoD KPUOAOYNLLOTOG,
g ypiang, ¢ Ppoyyitidag, Tov dcOuortog. XpNnomn ¢ YWVELTIKO,
ToveTikd kat avtippsopatiko (Gabrieli et al., 1990; Tadi¢ et al., 2008;
Kostadinova et al., 2008; Gonzalez-Burgos et al., 2011; Petreska et al.,
2011b; Tadi¢ et al., 2012; Qazimi et al., 2014; Todorova & Trendafilova,
2014; Latté et al., 2016; Tsioutsiou et al., 2019)

- Avaotol) aketvloyoinveotepdong (AchE) (Pihan et al., 2019)

- Evioyvon g uvnung (Todorova & Trendafilova, 2014; Hofrichter et
al., 2016; Heiner et al., 2018; Ma et al., 2019; Heiner et al., 2020)

- AbEnon g pong aiparog tov gykepdiov (Wightman et al., 2018)

- Toaotpompootatevtikny dpdon (Tadi¢ et al., 2008; Petreska et al.,
2011b; Tadi¢ et al., 2012; Todorova & Trendafilova, 2014)

- Amoypeumticd, avocodieyeptiko (lvanova et al., 2005; Georgieva et
al., 2015)

- TIpooctacio and tnv ooteondpwon (Latté et al., 2016)

- Avtuxn dpdon (évavtt Topapwéoiod) (Tadic et al., 2008)

- [pdinym amd avepio, amd Kapdloyyelokés TaBNGELS, 0md SL0TaPayES
Gyyovg ko amnd vevpoekpuMotikés achéveleg (Suica-Bunghez et al.,
2017; Uritu et al., 2018)

- Meiwon petaporikdv dotapaydv (Jeremic et al., 2019)

S. sipylea Boiss.

- Avtwé&edotikn dpaon (Giivenc et al., 2005; Nakiboglu et al., 2007;
Tsibranska et al., 2011; Baoon, 2019)

- Avtoktmplokn dpdon évavtt tov Poktmpiov  Staphylococcus
aureus, Pseudomonas aeruginosa, Bacillus sabtilis, Escherichia coli kat
tov poknro Candida albicans (Logoglou et al., 2006)

- Avtyuxpofakn dpaon (Gergis et al., 1991; Dulger et al., 2006;
Logoglou et al., 2006)

- "Evavtt poddveewv tov ovporowmtikod (Axiotis et al., 2018)

S. syriaca L.

- Avtwéedotikn dpaon (Koleva et al.,, 2003; Atoui et al., 2005;
Tsibranska et al., 2011; Goulas et al., 2014; Trojanowska et al., 2019)

- AvoAynTikd, OVTUPAEYHOVAOOEG, TOVOTIKO, &VOVIL TOL KOOV
Kkpvoroynuatog (Menghini et al., 2005; Gonzalez-Burgos et al., 2011)

- Avtyukpoflakn dpdon évavit tov Poaktnpiov Escherichia coli,
Enterococcus faecalis, Staphulococcus aureus (Goulas et al., 2014)
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Avtipieypovodng dpaor (Menghini et al., 2005)
Avakynrtikn dpdon (Menghini et al., 2005)

S. syriaca L. subsp.
syriaca

Avto&edwtikn dpaon (Armata et al., 2008)
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A.5. APOI'OXHMEIA

MMivokog 1.5.1.0: ®rafovoctdn] oo yévog Sideritis L.

DuTKo gidog JVGTOTIKA Bipioypaoia
. i Apigenin (1) (HPLC)*
S. a'b“;\'/cl’g";‘ Hub. Luteolin (26) (HPLC)* Askun et al., 2009
' Naringin (42) (HPLC)*

Apigenin-7-O-allosyl (1—2) glucoside (9)
Apigenin 7-0O-[6""-O- acetyl]-allosyl (1—2)glucoside (7)
(LC-MS)*

Apigenin 7-O-(coumaroyl) glucopyranoside (LC-MS)*
(6 drevkpwviletor)

Apigenin 7-O-[6"-O-acetyl]-allosyl (1—2)glucoside (LC-

S. clandestina (Bory MS)* (8)
& Chaub.) subsp. Apigenin 7-0O-[2", 6"'-O-diacetyl]-allosyl (1—2)
clandestina glucoside (10) (LC-MS)*

Apigenin 7-O-acetyl-coumaroyl-allosyl (1—2)
glucoside(LC-MS)* (6¢ dievkpviletor)
Isoscutellarein 7-O-[2™,6"'-O-diacetyl-allosyl] (1—2)-
glucoside (21) (LC-MS)*

Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allosyl] (1—2)-B-
D-glucopyranoside (22) (LC-MS)*

Vasilopoulou et al.,
2013

Apigenin (1)
Apigenin-7-O-p-D-glucoside (3)

Hypolaetin 7-O-[6"'-O-acetyl-p-D-allopyranosyl]-(1—2)-
B-D-glucopyranoside (18) (HPLC)*
Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]
(1—2)-p-D-glucopyranoside (22)
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)

S. euboea Heldr. 4'-O-methyl-isoscutelarein 7-O-[6""-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]- glucoside (36)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl-B-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)
Kaempferol (45)

Xanthomicrol (55)
Penduletin (56)

Tsaknis et al., 2005
Dontas et al., 2011
Tomou et al., 2019
Tomou et al., 2020

Chrysoeriol-7-O-p-D-glucoside (12)
Chrysoeriol 7-O-[6"'-O-acetyl]-allosyl(1—2)glucoside
(13)
S lanata L. Hypolaetin 7—O—a||osy|—(1(;§)—[6 -O-acetyl]-glucoside
Hypolaetin 7-O-[6""- O-acetyl-p-D-allopyranosyl]-(1—2)-
f3-D-glucopyranoside (18)

Taskova et al., 1997
Alipieva et al., 2009
Stanoeva et al., 2015
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Isoscutellarein 7-O-allosyl (1—2) glucoside (20)
Isoscutellarein 7-O-[6"'-O-acetyl-p-D-allopyranosyl] -
(1—2)-p-D-glucopyranoside (22)
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)
4-0O-methyl-isoscutellarein 7-O-allosyl (1—2) glucoside
(31)
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
glucoside (35)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]- glucoside (36)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)

Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]-
(1—-2)-B-D-glucopyranoside (22)
Luteolin 7-O-p-D-glucoside (27a) (HPLC)*
4'-0O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)- Menkovi¢ et al.,

S. montana L [6"-O-acetyl]- glucoside (36) 1993
' ' 4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D- Taskova et al., 1997
allopyranosyl]-(1—2)-p-D-glucopyranoside (38) Bilgin et al., 2018

Diosmetin (43)
Kaempferol-3-O-rutinoside (46) (HPLC)*
Kaempferol-3-O-glucoside (47) (HPLC)*

4'-0O-methyl-isoscutellarein 7-O-[B-D-allopyranosyl-
(1-2)-[6"-O-acetyl]-p -D-glucopyranoside (34)
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)
Naringenin (41) (HPLC)*
S. montana L. Naringin (42) (HPLC)* Emre et al., 2011
subsp. montana Quercetin (44a) (HPLC)* Venditti et al., 2016a
Kaempferol (45) (HPLC)*
Morin (48) (HPLC)*
Myricetin (49) (HPLC)*
Quercetin-3-O-rutinoside (Rutin) (HPLC)* (44b)
Catechin (HPLC)* (54)

Apigenin (1) (LC-MS)*

Apigenin 7-0O-(6"-p-coumaroyl)-p-D-glucopyranoside (2)
(LC-MS)*
Apigenin-7-O-B-D-glucoside (3) (LC-MS)*
Apigenin-7-O-(4"-O-p-coumaroyl)-B-D-glucopyranoside
(6)

Apigenin 7-O-[6"'-O-acetyl]-allosyl(1—2)glucoside (7)
(LC-MS)*

S. perfoliata L. Chrysoeriol 7-O-[6 (1% ache(t:)_/:\]/l gl)li)syl(l 2)glucoside
Hypolaetin 7-O-allosyl (1—2) glucoside (15) (LC-MS)*
Hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (16) (LC-MS)*

Hypolaetin 7-O-[6"- O-acetyl-p-D-allopyranosyl-(1—2)-
B-D-glucopyranoside (18) (LC-MS)*
Isoscutellarein 7-O-allosyl (1—2) glucoside (20) (LC-
MS)*
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Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]-
(1—2)-B-D-glucopyranoside (22) (LC-MS)*
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24) (LC-MS)*

Luteolin (26) (LC-MS)*

Luteolin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-glucoside (28)
(LC-MS)*
4'-O-methyl-isoscutellarein 7-O-allosyl-(1—2)-glucoside
(31) (LC-MS)*
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
glucoside (35) (LC-MS)*
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (37) (LC-MS)*
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)

Ezer et al., 1992
Petreska et al.,
2011a
Sarikurkcu et al.,
2020

Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]-
(1—-2)-B-D-glucopyranoside (22)
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)

S. perfoliata L.
subsp. perfoliata

Charami et al., 2008
Chrysargyris et al.,
2019

Apigenin (1) (HPLC)*
Apigenin 7-0-(6"-p-coumaroyl)-p-D-glucopyranoside (2)
(LC-MS)*
Apigenin 7-0-B-D-glucoside (3)

Apigenin 7-(4"-p-coumaroyl-glucoside) (6)
Apigenin 7-0O-[6""-O-acetyl]-allosyl(1—2)glucoside (7)
(LC-MS)*

Apigenin 7-O-allosyl (1—2) glucoside (9) (LC-MS)*
Chrysoeriol 7-O-[6"'-O-acetyl]-allosyl(1—2)glucoside
(13) (LC-MS)*

Hypolaetin (14) (HPLC)*

Hypolaetin 7-O-allosyl (1—2) glucoside (15)
Hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (16)

Hypolaetin 7-O-allosyl-(1—2)-[6"-O-acetyl]-glucoside
(17) (LC-MS)*

Hypolaetin 7-O-[6""-O-acetyl-p-D-allopyranosyl]-(1—2)-
B-D-glucopyranoside (18) (HPLC)*
Isoscutellarein 7-O-allosyl(1—2)glucoside (20)
Isoscutellarein 7-O-[6"-O-acetyl-B-D-allopyranosyl]-
(1—-2)-B-D-glucopyranoside (22)
Isoscutellarein 7-O-B-D-allopyranosyl-(1—2)-[6"-O-
acetyl]-p -D-glucopyranoside (23) (LC-MS)*
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)

Isoscutellarein (25) (HPLC)*

Luteolin 7-O-[6"-O-acetyl]-allosyl (1—2) glucoside (28)
(LC-MS)*

S. raeseri Boiss. &
Heldr.

Gabrieli et al., 1990
Gabrieli et al., 2005
Janeska et al., 2007
Pljevljakusi¢ et al.,
2011
Petreska et al.,
2011a
Mencovic et al.,
2013
Stanoeva et al., 2015
Romanucci et al.,
2017
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Luteolin 7-O-[6"-O-acetyl]-allosyl-(1—2)-[6"-O-acetyl]-
glucoside (29) (LC-MS)*

Luteolin 7-O-allosyl-(1—2)-[6"-O-acetyl]-glucoside (30)
(LC-MS)*
3'-O-methyl-hypolaetin (50) (HPLC)*
4'-O-methyl-isoscutellarein (51) (HPLC)*
4'-O-methyl-isoscutellarein 7-O-allosyl-(1—2)-glucoside
(31)
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-
(1-2)-[6"-O-acetyl]-glucoside (32)
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl-B-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
4’-O-methyl-isoscutellarein 7-O-3-D-allopyranosyl-
(1—2)-p-D-[6"-O-acetyl]-glucopyranoside (34)
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
glucoside (35)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (36)
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (37) (LC-MS)*
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
glucoside (38)

Apigenin 7-0-(6"-O-acetyl-p-D-glucopyranoside) (8)
Hypolaetin 7-O-[6"'-O-acetyl-p-D-allopyranosyl]-(1—2)-
-D-glucopyranoside (18)

Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)

S. romana L. 4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (36)
3'-O-methyl-hypolaetin 7-O-[6"'-O-p-D-allopyranosyl]-
(1—2)-p-D-glucopyranoside (39)
4'-0O-methyl-hypolaetin 7-O-[6"'-O-B-D-allopyranosyl]-
(1—2)-p-D-glucopyranoside (40)

Venditti et al., 2016e

Apigenin (1) (HPLC)*
Apigenin 7-0O-(6"-p-coumaroyl)-p-D-glucopyranoside (2)
(LC-MS)*

Apigenin 7-0-B-D-glucoside (3) (HPLC)
Apigenin 7-(4"-p-coumaroyl-glucoside) (6) (LC-MS)*
Apigenin 7-O-[6"'-O-acetyl]-allosyl(1—2)glucoside (7)

(LC-MS, HPLC)*
Chrysoeriol (11) (HPLC)*

Chrysoeriol 7-O-[6"'-O-acetyl]-allosyl(1—2)glucoside

S. scardica Griseb. (13) (LC-MS)*
Hypolaetin 7-O-allosyl (1—2) glucoside (15) (LC-MS,

HPLC)*
Hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (16)

Hypolaetin 7-O-allosyl-(1—2)-[6"-O-acetyl]-glucoside

(17) (LC-MS)*

Hypolaetin 7-O-[6"'-O-acetyl-p-D-allopyranosyl]-(1—2)-
B-D-glucopyranoside (18) (LC-MS, HPLC)*
Isoscutellarein 7-O-allosyl (1—2) glucoside (20) (LC-MS,
HPLC)*

Taskova et al., 1997
Koleva et al., 2003
Janeska et al., 2007
Petreska et al.,
2011a
Stanoeva et al., 2012
Mencovic et al.,
2013
Danesi et al., 2013
Todorova &
Trendafilova, 2014
Stanoeva et al., 2015
Jeremic et al., 2019
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Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]-
(1—2)-p-D-glucopyranoside (22)
Isoscutellarein 7-O-p-D-allopyranosyl-(1—2)-[6"-O-
acetyl]-p -D-glucopyranoside (23) (LC-MS)*
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (24)

Isoscutellarein (25) (HPLC)*

Luteolin (26) (HPLC)*

Luteolin 7-O-p-D-glucoside (27a) (HPLC)*
Luteolin 7-O-allosyl (1—2) glucoside (27b) (HPLC)*
Luteolin 7-O-[6"'-O-acetyl]-allosyl (1—2) glucoside (28)
(LC-MS)*

Luteolin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-acetyl]-
glucoside (29) (LC-MS)*

Luteolin 7-O-allosyl-(1—2)-[6"-O-acetyl]-glucoside (30)
(LC-MS)*
4'-O-methyl-isoscutellarein 7-O-allosyl-(1—2)-glucoside
(31) (LC-MS)*
4'-0O-methyl-isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-
(1-2)-[6"-O-acetyl]-glucoside (32) (LC-MS)*
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
4'-O-methyl-isoscutellarein 7-O-allopyranosyl-(1—2)-
[6"-O-acetyl]-B-D-glucopyranoside (34) (LC-MS)*
3'-O-methyl-hypolaetin 7-O-[6"-O-acetyl]-allosyl-(1—2)-
glucoside (35) (LC-MS, HPLC)*
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (36)
3'-O-methyl-hypolaetin 7-0-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (37) (LC-MS)*
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)
3’-O-methylhypolaetin 7-O-allosyl-(1—2)-[6"-O-acetyl]-
glucoside (39) (LC-MS)*
3'-O-methyl-hypolaetin (50) (HPLC)*
Vitexin-2"-O-Rhamnoside (53) (HPLC)*

Apigenin-7-O-p-D-glucoside (3)
Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl] Tsiftsoglou et al.,
(1—2)-p-D-glucopyranoside (22) 2019
Salvigenin (52)

S. sipylea Boiss.

Apigenin 7-O-(6"-p-coumaroyl)-B-D-glucopyranoside (2)
Apigenin 7-(4"-p-coumaroyl-glucoside) (6)
Hypolaetin 7-O-[6""-O-acetyl-p-D-allopyranosyl]-(1—2)-
B-D-glucopyranoside (18) (HPLC)*

Isoscutellarein 7-O-allosyl (1—2) glucoside (20) (LC- Venturella et al.,
. MS)* 1995
S.syriaca L. Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]- Taskova et al., 1997
(1—-2)-B-D-glucopyranoside (22) Koleva et al., 2003
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O- Goulas et al., 2014
acetyl]-glucoside (24) Stanoeva et al., 2015

3'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
glucoside (35) (LC-MS)*
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
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[6"-O-acetyl]-glucoside (36)
4'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)

Apigenin (1)
Apigenin 7-0-(6"-p-coumaroyl)-p-D-glucopyranoside (2)
Apigenin-7-O-p-D-glucoside (3)

Apigenin 7-4'-bis (trans-p-coumarate) (4)
Apigenin 7-0-(2"-p-coumaroyl-p-D-glucopyranoside) (5)
Apigenin 7-(4"-p-coumaroyl-glucoside) (6)
Hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-
acetyl]-glucoside (16)

Hypolaetin 7-O-[6"'-O-acetyl-p-D-allopyranosyl]-(1—2)-
B-D-glucopyranoside (18) (LC-MS)*
Isoscutellarein 7-p-coumarate (19)
Isoscutellarein 7-O-allosyl (1—2) glucoside (20) (LC-
MS)*

Isoscutellarein 7-O-[6"'-O-acetyl-B-D-allopyranosyl]-
(1—2)-B-D-glucopyranoside (22) (LC-MS)*
Isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-(1—2)-[6"-O-

S. syriaca L.subsp. acetyl]-glucoside (24)
syriaca Luteolin 7-O-[6"-O-acetyl]-allosyl (1—2) glucoside (28)
(LC-MS)*

4'-0O-methyl-isoscutellarein 7-O-[6"'-O-acetyl]-allosyl-
(1-2)-[6"-O-acetyl]-glucoside (32) (LC-MS)*
4'-O-methyl-isoscutellarein 7-O-[6"'-O-acetyl-p-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (33)
4'-0O-methyl-isoscutellarein 7-O-p-D-allopyranosyl-
(1-2)-[6"-O-acetyl]-p -D-glucopyranoside (34)
3'-O-methyl-hypolaetin 7-0-[6"'-O-acetyl]-allosyl-(1—2)-
glucoside (35) (LC-MS)*
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (36)
3'-O-methyl-hypolaetin 7-O-[6"'-O-acetyl]-allosyl-(1—2)-
[6"-O-acetyl]-glucoside (37) (LC-MS)*
4'-0O-methyl-hypolaetin 7-O-[6"'-O-acetyl-B-D-
allopyranosyl]-(1—2)-p-D-glucopyranoside (38)
Xanthomicrol (55)

Armata et al., 2008
Plioukas et al., 2010
Petreska et al.,
2011a
KXovkiva, 2019

*uébodog tavtomoinong
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OH o

Mivaxog 1.5.1.p: Aopéc prafovav

R/=H
Rl Rz R3 R4 Rs RG
Apigenin (1) H H OH H H OH
Apigenin 7-(6"-p-coumaroyl)- . )
8-D-glucopyranoside (2) H H 6"-p-coumaroyl-glc H H OH
Apigenin-7-O-B-D-glucoside Y Y gle 5 5 OH
@)
Apigenin 7-4'-bis (trans-p- Y Y -4'-bis(trans-p- 5 5 OH
coumarate) (4) coumarate)
Apigenin 7-0-(2"-p- o .
coumaroyl)-p-D- H H (2"-p-coumaroy!)-§ H H OH
k D-glc
glucopyranoside (5)
Apigenin 7-(4"-p-coumaroyl)- -(4"-p-coumaroyl)-p-
B-D-glucopyranoside (6) H H D-glc H H OH
Apigenin 7-O-[6"-O-acetyl- -[6"'-O-acetyl-allosyl]
allosyl] -(1—2)-glucoside (7) H H (1-2) glc H H OH
Apigenin 7-O-[6"-O-acetyl- -[6"-O-acetyl-allosyl]
allosyl] -(1—2)-glucoside (8) H H -(1-2)-glc H H OH
Apigenin 7-O-allosyl-(1—2)-
glucoside (9) H H allosyl-(1—2)-glc H H OH
Apigenin 7-O0-[2™,6™-O0- - .
diacetyl-allosyl]-(1—2)- H H a[lzlos’ﬁl] _(zlcﬂfzc)e: tyIIC H H OH
glucoside (10) y g
Chrysoeriol (11) H H OH H OMe OH
Chrysoeriol-7-O-p-D-
glucoside (12) H H gle H OMe | OH
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Chrysoeriol 7-O-[6"'-O-acetyl-

-[6™-O-acetyl-allosyl]

. H M H
allosyl]-(1—2)-glucoside (13) -(1-2)-glc OMe °
Hypolaetin (14) OH OH OH OH
Hypolaetin 7-O-allosyl- allosyl(1->2)glc ~ OH = OH  OH
(1—-2)-glucoside (15)
Hypolaetin 7-O-[6"'-O- -[6"-O-acetyl]-
acetyl]-allosyl-(1—2)-[6"-O- allosyl-(1—2)-[6"-O- OH OH OH
acetyl]-glucoside (16) acetyl]-glc
Hypolaetin 7-O-allosyl- N
(1-2)-[6"-O-acetyl]- aIIos;;Le(tl I]-2)Ic[6 ° OH OH OH
glucoside (17) yirg
Hypolaetin-7-O-[6"'-O-acetyl- -[6"-O-acetyl-p-D-
B-D-allopyranosyl] -(1—2)-B- allopyranosyl] - OH OH OH
D-glucopyranoside (18) (1-2)-B-D-glc
Isoscutellarein 7-p-coumarate p-coumarate OH 5 OH
(19)
Isoscutellarein 7-O-allosyl-
(1—2)-glucoside (20) -allosyl-(1—2)-glc OH H OH
Isoscutellarein 7-O-[2™,6™-O- . .
diacetyl]-allosyl-(1—2)- -[:"(;S l_?ldlaz(;?t)ig OH H OH
glucoside (21) y g
T oo
y Py y X allopyranosyl] - OH H OH
(1—2)-p-D-glucopyranoside
(1-2)-p-D-glc
(22)
Isoscutellarein 7-O-p-D-
i . -B-D-allopyranosyl-
allopyranosyl-(1-2)-[6"-0 (1-2)-[6"-O-acetyl]- ~ OH H OH
acetyl]-p-D-glucopyranoside B-D-glc
(23) :
Isoscutellarein 7-O-[6™'-O- -[6"'-O-acetyl]-
acetyl]-allosyl-(1—2)-[6"-O- allosyl-(1—2)-[6"-O- OH H OH
acetyl]-glucoside (24) acetyl]-glc
Isoscutellarein (25) OH OH H OH
Luteolin (26) OH H OH OH
Luteolin 7-O-B-D-glucoside gl 5 OH OH

(27a)
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Luteolin 7-O-allosyl-(1—2)- -allosyl-(1—2)-
glucoside (27b) glucoside H OH OH
Luteolin 7-O-[6 -O-ailcetyl]- -[6"-O-acetyl]- 5 OH OH
allosyl-(1—2)-glucoside (28) allosyl-(1—2)-glc
Luteolin 7-O-[6"'-O-acetyl]- -[6"-O-acetyl]-
allosyl-(1—2)-[6"-O-acetyl]- allosyl-(1—2)-[6"-O- H OH OH
glucoside (29) acetyl]-glc
Luteolin 7-O-allosyl-_(1—>2)- -allosyl-(1—2)-[6"-O- H OH OH
[6"-O-acetyl]-glucoside (30) acetyl]-glc
4'-O-methyl-isoscutellarein 7-
O-allosyl-(1—2)-glucoside -allosyl-(1—2)-glc OH H OMe
31)
e i
ety y allosyl-(1—2)-[6"-0- = OH H  OMe
(1-2)-[6"-O-acetyl]- acetyl]-glc
glucoside (32) yirg
4 -O-methlyl-lsoscutelIarem 7- [6™-O-acetyl-p-D-
O-[6"-O-acetyl-p-D-
allopyranosyl]- OH H OMe
allopyranosyl] -(1—2)-p-D- (1-2)-p-D-glc
glucopyranoside (33) g
4'-O-methyl-isoscutellarein 7-
. i i -B-D-allopyranosyl-
O-p-D-allopyranosyl-(1—2) (1—2)-[6"-O-acetyl]- ~ OH H  OMe
[6"-O-acetyl]-p —D- B-D-glc
glucopyranoside (34) g
3'-O-methyl-hypolaetin 7-O-
[6"'-O-acetyl]-allosyl-(1—2)- all[fs I(—)( lace;))/!] lc OH OMe OH
glucoside (35) y g
4'-O-methyl-hypolaetin 7-O- -[6"'-O-acetyl]-
[6"'-O-acetyl]-allosyl-(1—2)- allosyl-(1—2)-[6"-O- OH OH OMe
[6"-O-acetyl]-glucoside (36) acetyl]-glc
3'-O-methyl-hypolaetin 7-O- -[6"'-O-acetyl]-
[6"'-O-acetyl]-allosyl-(1—2)- allosyl-(1—2)-[6"-O- OH OMe OH
[6"-O-acetyl]-glucoside (37) acetyl]-glc
OO oo
y allopyranosyl] - OH OH OMe

allopyranosyl] -(1—2)-p-D-
glucopyranoside (38)

(1-2)-B-D-glc
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g
Py Y. H H allopyranosyl] - OH OH OMe
(1—2)-p-D-glucopyranoside
(1—2)-B-D-glc
(39)
ST
Py y ; H H allopyranosyl] - OH OH OMe
(1—-2)-B-D-glucopyranoside
(1-2)-B-D-glc
(40)
3'-O-methyl-hypolaetin (50) H H OH OH OMe OH
4'-O-methyl-isoscutellarein Y Y OH OH H OMe
(51)
Salvigenin (52) H OMe OMe H H OMe
e . Gle-
Vitexin-2 gBI;hamnosme Y Y OH (1-2)- H OH
Rha
Diosmetin (43) H H OH H OH OCHjs
R7=OH
Myricetin (49) H H OH H OH OH
Glc=glucose, Rha=rhamnose
Y g
ivaxag 1.5.1.y: Aopéc drwdpoprafovav
Naringenin (41) R=H

Naringin (42)

R= O-[a-L-rhamnosyl-(1—2)-B-D-glc]

glc=glucose
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Mivaxag 1.5.1.6: Aopég orapovordv

R1 R Rs
Quercetin (44a) H OH H
Quercetin-3-O-rutinoside (Rutin) (44b) -rutinoside OH H
Kaempferol (45) H H H
Kaempferol-3-O-rutinoside (46) -rutinoside H H
Kaempferol-3-O-glucoside (47) -glc H H
Morin (48) H H OH
ovs
9
MHivaxag 1.5.1.¢: Aopég prapavordv
R: R2
Catechin (54) H OH
Hivaxag 1.5.1.0t: Aopéc pedoviropévav erapovav
R: R2
Xanthomicrol (55) OCHjs H
Penduletin (56) H OCHj;
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MMivokog 1.5.2: ®awviombavosidsic l'hokooides oto yévog Sideritis L.

DuTiko gidog

2V6TUTIKA

Biphoypagia

S. clandestina (Bory &
Chaub.) Hayek subsp.
clandestina

Martynoside (1) (LC-MS)*
B-Hydroxy-verbascoside (2) (LC-MS)*

Vasilopoulou et al., 2013

S. euboea Heldr.

Martynoside (1)

Acteoside (=Verbascoside) (3)
Echinacoside (5)
Lavandulifolioside (=Stachysoside A)
()

Leucosceptoside A (8)

Dontas et al., 2011
Tomou et al., 2019

Verbascoside (3) (HPLC)*

S. lanata L. Allysonoside (4) (HPLC)* Stanoeva et al., 2015
Lavandulifolioside (7) (HPLC)*
S. montana L. Acteoside (3) Téth et al., 2017

S. perfoliata L.

Martynoside (1)
Acteoside (3)
Allysonoside (4) (LC-MS)*
Echinacoside (5) (LC-MS)*
Forsythoside A (6) (LC-MS)*
Lavandulifolioside (7) (LC-MS)*
Leucosceptoside A (8) (LC-MS)*
Samioside (9) (LC-MS)*

Ezer et al., 1992
Gonzalez-Burgos et al., 2011
Petreska et al., 2011b
Sarikurkcu et al., 2020

S. perfoliata L.subsp.
perfoliata

Martynoside (1)
Acteoside (3)
Lavandulifolioside (7)
Leucosceptoside A (8)

Charami et al., 2008
Gonzalez-Burgos et al., 2011
Chrysargyris et al., 2019

S. raeseri Boiss. & Heldr.

Martynoside (1) (LC-MS)*
Verbascoside (3) (HPLC, LC-MS)*
Allysonoside (4) (LC-MS)*
Echinacoside (5) (HPLC, LC-MS)*
Forsythoside A (6) (LC-MS)*
Lavandulifolioside (7) (HPLC, LC-MS)*
Leucoseptoside A (8) (HPLC, LC-MS)*
Samioside (9) (LC-MS)*
Isoverbascoside (10) (LC-MS)*
Jonaside Al (11) (HPLC)*
Campneoside 1l (12) (HPLC, LC-MS)*

Pljevljakusi¢ et al., 2011
Petreska et al., 2011a
Petreska et al., 2011b
Mencovic et al., 2013
Stanoeva et al., 2015

Romanucci et al., 2017

Martynoside (1) (LC-MS)*
Verbascoside (3) (LC-MS)*

Koleva et al., 2003
Tadi¢ et al., 2008
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S. scardica Griseb.

Allysonoside (4) (LC-MS)*
Echinacoside (5) (LC-MS)*
Forsythoside A (6) (LC-MS)*
Lavandulifolioside (7) (LC-MS)*
Leucosceptoside A (8) (LC-MS)*
Samioside (9) (LC-MS)*
Isoverbascoside (10) (LC-MS)*
Forsythoside B (13) (LC-MS)*
Isoleucosceptoside (14) (LC-MS)*

Petreska et al., 2011a
Petreska et al., 2011b
Stanoeva et al., 2012
Mencovic et al., 2013
Danesi et al., 2013
Todorova & Trendafilova, 2014
Stanoeva et al., 2015

S. sipylea Boiss.

Martynoside (1)
Acteoside (3)

Tsiftsoglou et al., 2019

S. syriaca L. subsp.
syriaca

Martynoside (1) (HPLC)*
Verbascoside (3) (HPLC, LC-MS)*
Allysonoside (4) (LC-MS)*
Forsythoside A (6) (LC-MS)*
Lavandulifolioside (7) (LC-MS)*
Leucoseptoside A (8) (LC-MS)*
Samioside (9) (LC-MS)*

Koleva et al., 2003
Petreska et al., 2011a
Goulas et al., 2014
Stanoeva et al., 2015

*néBodog Tavtomoinong
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OH

HO.

HO'

(13)

HO'

(14)

DuTIKO gid0g

MMivokoeg 1.5.3: ®awolikd tapdyoya oto yEvog Sideritis L.

ZVGTUTIKA

Biioypoaoia

S. albiflora Hub. -Mor.

S. clandestina (Bory &

Caffeic acid (1) (HPLC)*
Gallic acid (2) (HPLC)*
Rosmarinic acid (3) (HPLC)*
Ferullic acid (10) (HPLC)*
p-coumaric acid (12) (HPLC)*
trans-cinnamic acid (15) (HPLC)*
o-coumaric acid (21) (HPLC)*

Askun et al., 2009
Deveci et al., 2019a

Chaub.) Hayek. subsp.
clandestina

S euboea Heldr.

Quinic acid (4) (LC-MS)*

Vasilopoulou et al., 2013

S. lanata L.

Chlorogenic acid (8)
p-coumaric acid (12)

Kassi et al., 2013
Tomou et al., 2019

5-caffeoylquinic acid (5) (HPLC)*

Stanoeva et al., 2015

S. montana L.

S. montana L. subsp.

Caffeic acid (1) (HPLC)*
Ferulic acid (10) (HPLC)*
Rosmarinic acid (3) (HPLC)*
4-allyl-2,6-dimethoxyphenol-
glucoside (17)

Toth et al., 2017
Bilgin et al., 2018

montana

Chlorogenic acid (8)
Methyl arbutin (18)
Resveratrol (19) (HPLC)*

Emre et al.,, 2011
Venditti et al., 2016a
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S. perfoliata L.

Caffeic acid (1) (LC-MS)*

5-caffeoylquinic acid (5) (LC-MS)*
Feruloylquinic acid (6) (LC-MS)*
p-coumaric acid 4-O-glucoside (7)

(LC-MS)*

Chlorogenic acid (8) (LC-MS)*
Vanillic acid (9) (LC-MS)*
Ferulic acid (10) (LC-MS)*

Protocatechuic acid (13) (LC-MS)*
4-hydroxybenzoic acid (20) (LC-MS)*

Petreska et al., 2011a
Sarikurkcu et al., 2020

S. perfoliata subsp.
perfoliata

Caffeic acid (1)
Chlorogenic acid (8)

Charami et al., 2008
Chrysargyris et al., 2019

S. raeseri (Boiss. &
Heldr.)

Gallic acid (2) (LC-MS)*

5-caffeoylquinic acid (5) (LC-MS)*
Feruloylquinic acid (6) (LC-MS)*
p-coumaric acid-4-O-glucoside (7)

(LC-MS)*

Chlorogenic acid (8) (LC-MS)*

Pljevljakusi¢ et al., 2011
Petreska et al., 2011a
Petreska et al., 2011b
Mencovic et al., 2013
Stanoeva et al., 2015

Romanucci et al., 2017

S. scardica Griseb.

Caffeic acid (1) (HPLC)*

5-caffeoylquinic acid (5) (LC-MS)*
Feruloylquinic acid (6) (LC-MS)*
p-coumaric acid-4-O-glucoside (7)

(LC-MS)*

Chlorogenic acid (8) (HPLC, LC-

MS)*
Vanillic acid (9) (HPLC)*
Ferulic acid (10) (HPLC)*

Syringic acid (11) (HPLC)*
p-coumaric acid (12) (HPLC)*
Protocatechuic acid (13) (HPLC)*

Petreska et al., 2011a

Petreska et al., 2011b

Stanoeva et al., 2012

Tadi¢ et al., 2012

Danesi et al., 2013

Mencovic et al., 2013

Todorova & Trendafilova,
2014

Stanoeva et al., 2015

Jeremic et al., 2019

S. syriaca L. subsp.
syriaca

Chlorogenic acid (8) (HPLC)*
5-caffeoylquinic acid (5) (LC-MS)*
Feruloylquinic acid (6) (LC-MS)*

Ferulic acid (10) (GC-MS)*
Vanillic acid (9) (GC-MS)*
Syringic acid (11) (GC-MS)*
Homovanillic acid (14) (GC-MS)*
p-coumaric acid (12) (GC-MS)*
Trans-cinnamic acid (15) (GC-MS)*
p-hydroxy benzoic acid (16) (GC-

MS)*

p-coumaric acid-4-O-glucoside (7)

(LC-MS)*

Fiamegos et al., 2004
Armata et al., 2008
Petreska et al., 2011a
Tsibranska et al., 2011
Goulas et al., 2014
Stanoeva et al., 2015

*uébodog tavtomoinong
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MMivokog 1.5.4: Avteprévio, 6to yévog Sideritis L.

DuTIKo gidog 2V6TOTIKA Bipioypagia
Isofoliol (2)
Isolinearol (3)
Sideridiol (5)
. Venturella et al., 1977
Siderol (7) N

S. euboea Heldr.

Sideroxol (8)
Epoxysiderol (9)
Eubol (10)
Eubotriol (11)
7-epi-candicandiol (19)

Piozzi et al., 2006
Fraga, 2012
Tomou et al., 2020

S. lanata L. Siderol (7) Taskova et al., 1997
Siderol (7)
9a,13a-epi-dioxyabiet-8(14)-
en-18-ol (12) Taskova et al., 1997
S. montana L.

Pomiferin E (13)
Sideritin A (14)
Sideritin B (15)

Toth et al., 2017

S. perfoliata L.

Sideridiol (5)

Siderol (7)
ent-2a-hydroxy-13-epi-manoyl
oxide (17)
Sideritriol (18)

Sezik et al., 1985

Bruno et al., 2005

Piozzi et al., 2006
Fraga., 2012

S. perfoliata L. subsp.
athoa

7a-epi-candicandiol (19)
Athonolone (20)
ent-3a,18-dihydroxy-kaur-16-
ene (21)
ent-3p,7a-dihydroxy-kaur-16-
ene (22)
ent-3p-hydroxy-kaur-16-ene
(23)

Foliol (25)

Linearol (26)

Sidol (27)

Topgu et al., 1999
Kilic et al., 2003
Piozzi et al., 2006
Halfon et al., 2011
Fraga., 2012

S. raeseri Boiss. & Heldr.

Epoxyisolinearol (1)
Sideridiol (5)
Siderol (7)
Epoxyisosidol (28)
Sideroxol (8)
Epoxysiderol (9)
Vierol (29)

Taskova et al., 1997
Piozzi et al., 2006
Fraga., 2012
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S. scardica Griseb.

Isolinearol (3)
Sideridiol (5)
Siderol (7)
Sideroxol (8)
Epoxysiderol (9)
Eubol (10)
18-acetyl-leucanthol (30)

Venturella et al., 1979
Taskova et al., 1997
Piozzi et al., 2006
Fraga., 2012
Todorova & Trendafilova,
2014

S. sipylea Boiss.

Epoxyisolinearol (1)
Isolinearol (3)
Isosidol (4)
Sideridiol (5)
Siderol (7)
7-epi-candicandiol (19)
ent-7a,18-diacetoxy-kaur-16-
ene (24)
Linearol (26)

Hokelek et al., 2001
Topgu et al., 2002
Kilic et al., 2003
Logoglou et al., 2006
Piozzi et al., 2006
Fraga., 2012

S. syriaca L.

Sideridiol (5)
Ucriol (6)
Siderol (7)

Sideroxol (8)

Epoxysiderol (9)

Siderone (16)

Venturella et al., 1983a
Venturella et al., 1983b
Piozzi et al., 2006
Fraga, 2012

S. syriaca L. subsp. syriaca

Siderol (7)
Eubotriol (11)

KXiovkiva, 2019

R R’ R"
Foliol (25) OH OH a-OH
Sidol (27) OH OH a-OAC
Linearol (26) OAc OH a-OH
ent-3B-hydroxy-
kaur-16-ene (23) H H 0-OH
ent-3B,7a-
dihydroxy-kaur-16- H OH a-OH
ene (22)
ent-3a,18-
dihydroxy-kaur-16- OH H B-OH
ene (21)
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R R’ R"
Eubol (10) H B-OH H
Eubotriol (11) H B-OAc H
18-acetyl-
leucanthol Ac B-OAc OH
(30)
R R' R"
Sideridiol (5) OH OH H
Siderol (7) OH OAc H
Isofoliol (2) OH OH OH
Isosidol (4) OH OH OAc
Isolinearol (3) OAc B-OH OH
R R’ R
Ucriol (6) OH B-OH H
Sideroxol (8) OH a-OH H
Epoxysiderol (9) OH B-OAc H
Epoxyisosidol (28) OH B-OH OAc
Epoxyisolinearol (1) = OAc B-OH OH
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HO,
7, HO////,,

(12) (13) (14)

(16) 17) (18)

CH,
CH,OH

(20) (24)

(29)

IMivaxag 1.5.5: Ltepodeg 6to yévog Sideritis L.

DuTIKG gidog YV0TATIKA Bifroypaoia

stigmasterol (1)
S. euboea Heldr. p-sitosterol (2)

campesterol (3)

Tomou et al., 2020

stigmasterol (1)
S. montana L. p-sitosterol (2) Emre et al., 2011
ergosterol (4)

S. raeseri Boiss. & Heldr. stigmasterol (1)

Qazimi et al., 2010
cholesterol (5)
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y-sitosterol (6)

22,23-dihydrobrassicasterol (7)

S. scardica Griseb.

stigmasterol (1)
cholesterol (5)
y-sitosterol (6)

22,23-dihydrobrassicasterol (7)

Qazimi et al., 2010

S. syriaca L. subsp. syriaca

[-sitosterol (1)
stigmasterol (2)

KX ovkiva, 2019

1)

)

(3)
()
(6)

(7)

SIS

(4)
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IMivokog 1.5.6: Ip1dog1di] oto yévog Sideritis L.

S. clandestina (Bory &
Chaub.) Hayek. subsp.

clandestina

Melittoside (1) (LC-MS)*

Vasilopoulou et al., 2013

S. euboea Heldr.

Melittoside (1)
Harpagide (2)
Stachysoside E (11)

Kooiman, 1972
Tomou et al., 2019

S. lanata L.

10-O-(E)-p-coumaroyl-
melittoside (3)
Stachysoside E (11)
Stachysoside F (12)
Stachysoside G (13)
Stachysoside H (14)
Nepetalactone (15)

Murata et al., 2008
Alipieva et al. 2009
Gonzalez-Burgos., 2011

S. montana L.

Melittoside (1)
Ajugol (4)
Ajugoside (5)

Kooiman, 1972
Koleva et al., 1997
Koleva et al., 2003

Toth et al., 2017

S. montana L. subsp.

montana

Melittoside (1)
Harpagide (2)
8-0O-acetyl-harpagide (6)
5-allosyloxy-aucubin (7)
8-epi-loganic acid (8)

Venditti et al., 2016a

S. perfoliata L. subsp.

perfoliata

Melittoside (1)
Ajugol (4)
Ajugoside (5)
Monomelittoside (16)
Gardoside (17)
8-epi-loganic acid (18)
7-acetyl-8-epi-loganic acid
(19)

Charami et al., 2008
Chrysargyris et al., 2019

S.romana L.

Harpagide (2)

Ajugoside (5)

Bartsioside (9)
6-deoxy-harpagide (10)

Venditti et al., 2016e

S. scardica Griseb.

Melittoside (1)
Ajugol (4)
Ajugoside (5)

Koleva et al., 1997
Koleva et al., 2003

S. sipylea Bois.

Ajugoside (5)

Tsiftsoglou et al., 2019
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Melittoside (1)
Harpagide (2)
Ajugol (4)
Ajugoside (5)

Kooiman, 1972
Koleva et al., 1997
Koleva et al., 2003

S. syriaca L.

o :
S
OH
(o]
HO 0
HO

OH

@) )

@) (4)

AcO

OH

o
O

HO HO
HO HO
OH OH

() (6)




OH

AcO

OH

OH

(7) 8
H
X
o
HO H
0
OH oH
o o
HO HO
o HO
OH OH
©) (10)

(11) R= p-(E)-coumaroyl-O-3"-Glc
(12) R= p-(2)-coumaroyl-0-3"-Glc
(13) R= p-(E)-coumaroyl-O-6"-Glc
(14) R= p-(E)-coumaroyl-O-2"-Glc

HO
OH

HO
HO o

HO
HO
OH

(16)




COOH

OH

HO
HO
OH

COOH

OH

HO
HO
OH

(18)

HO

OH

(19)
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B. IIEIPAMATIKO MEPOX
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B.1. TEXNIKEZ [TOY XPHXIMOITIOIHOHKAN

B.1.1. XPOQMATOI'PA®IKEX ME®OAOI
a. Xpoporoypaeia emi Aentig oTIfdoog

AVOALTIKN YPOUOTOYPOOIN

» T'é\n o&ewdiov tov moprtiov pe deiktn eOopiopod oe UAAA alovpwviov 20x20 cm.
[Tayog otifdoag 0.1 mm (Kieselgel F254, Merck, Art. 5554).

» MikpokpuoTadAikn Kuttapivn yopic deiktn eBopiopod oe O alovpuviov 20x20
cm. ITéyog otiddoc 0.1mm (Merck, Art. 5552).

IopaoKELOOTIKN YPOUOTOYPOOia

> Té\n o&ediov tov Toprriov pe deiktn eOopiopov og yodives mhdkeg 20x20 cm (Merck,
Art. 5721).

B. Xpopatoypo@io oTAANG
» TéAn o&ediov tov muprtiov 60, 230-400 mesh ASTM, ywo ypouatoypapio GTHANG
(SDS 2050044).
» Sephadex LH-10, yé\n vépo&umponvimpévng de&tpavng (Pharmacia Fine Chemicals).

MéyeBog kokkwv: 25-100 p. IIpwv ) ypnon aenvetarl emi 24 dpeg pe 10 S0ALT
€KAOVONG DOTE VO O10YKWOEL.

V. XpORATOYPUPLKA OVTLOPAGTI|PLO.

X TPMOTO GTAO10 TPOLYLOTOTOLEITAL TAPATHPNON TOV YPDOUATOYPOUPTLATMV GTO VITEPUDOES PG
o€ PNk kopatog 254 nm kot 366 nm. 'Enetta, yivetan eLeavior] Toug Pe T eENG aVTIOPaGTH PO
YEKAGLOV:

»  Avtdpooctmplo faviArivng:
Awddopa A: Bavidrivny (Merck, Art. No. S26047 841) 5% ce MeOH
Adopo B: . H2SO4 5% o MeOH (Stahl, 1969)
To avtdpactiplo TpokOTTEL ENELTO OO aVAEN 16OV OYKOV TOV SIOAVUATOV A Kol
B kot 10 ypopotoypdenua Oeppaivetar yio Smin otov 105°C.

> B-apwo-aifvrectépag Tov dt-@avoro-fopikov o&éog, dtdAvpa 1% o MeOH
(avtidpaoctipro Neu) (Neu,1957).

B.1.2. DPAXMATOZKOIIIKEX ME®OAOI
®aoparooskonio [Tvpnvikod Mayvntikov Xvvroviepov (NMR)

Ta paopoata [Tupnvikod Mayvntikod Zuviovicpov eEANencay e TN Xp1on GUCULATOYPAPOL
Bruker DRX 400 (399.95 MHz yia. *H-NMR xoi yio. *C-NMR).
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o ™ Myn tov gacpdtov ypnooromnkay ot e&ng dakvteg: CDCls yopic eowtepikd
TPOTLTO [IE GNHOL AVOPOPAS TO GTpaL Tov dtoAdtn (7.24 ppm yio *H-NMR wou 77.0 ppm yio
1BC-NMR) kar CD30D (3.31 ppm y1o. tH-NMR «at 49.0 ppm y1a 3C-NMR).

Ot ynukég petartomioelg ekppalovtat o€ d (ppm) Kot ot otabepéc ovlevéng (J) og Hertz (Hz).
Xpnoworomdnkav, enione, eAcpata 00 S10GTAGEMV:

o COSY (Correlation Spectroscopy)

o HSQC (Heteronuclear Single Quantrum Correlation)
o HMBC (Heteronuclear Multiple Bond Correlation)

o NOESY (Nuclear Overhauser Effect Spectroscopy)

B.1.3. AIAAYTEZ

OMot or dwAdtec, pe eaipeon t pebavoln (MeOH, Panreac ref. 131091.0716),
YPNOOTOMON KAV KATOTV OITOGTAEEWG,.

Koatd ™ perétn avt, ta AapPavopeva ekyvAiopoto kot to KAGouato mov ANedncay ond Tig
YPOUOTOYPAPIKES oTHAES, efatpiotnroy o yapnAn Oepupokpacio (40°C) oe mepIoTPOPIKT|
ovoKeVN amooTaEewsg Vo Kevd. Olo tor voAeippato Kot o1 ovcieg mov amopovaOnKay
dttnpnOnkav oe Enpaviipa Lo KeVO OV TEPlEl e YEAN TLPITIKOD 0EE0G Le OElKTN VYpOGToG
Kot Tevto&eido Tov pooopov (P20s, Merck, Art 540).

B.2. EKXYAIXH APOI'HX

Sideritis cypria Post

To @utd cvAAEYONKe amd To EBviko Tunua N'ewpyiog e Kdmpov tov Iovvio tov 2019. Avt
elval n TPAOTN KaTaypapOUeEVN Popa TOV KOAMEPYNONKE TO PUTO Kol PUTIKA GTEAEYT OO TV
PO (UNTPIKN) PUTEID CLAAEXONKOV GTO GTAS0 AVOIGNC Yo VTN TNV avdAvon).

H mapodoa putoynuikn perAétn agopd to £YYvpia Tov GUAA®OV, TO EYYVUO TOV 0vVOE®MV Kal TO
nebavoliko exydiopa Tmv EOAA®Y Tov KaAlepynuévov S. cypria Post.

Ta eyydpata mopackevdcTNKOV GOUPOVA pE T povoypagia tov Evpomaikod Opyovicpoo
®appakmv (European Medicine Agency, EMA.). Zvykekpyéva, yio. TV TOPOCKEVT TOV
gyyopatov ypnoyomomdnkay 4g 6poync oe 200ml Leovrog H20, 6mov mapépevay yio Smin.

INoa 10 pebBavorlkd exydlopa ypnowomombnkav 5g @OAA@V TOL QELTOD, ASPOUEPDS
TETUNUEVE, Kot TTpaypatoromOnke copfotikn ekydion pe owAvtn MeOH. Zvykekpipéva,
TPOYUATOTOM O KAV TPELS dOMONGELS e aAlayT| TOV dAVTH KOO 24 dpeC.
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B.3. XPQMATOI'PADIKOX ATAXQPIZMOX EI'XYMATQN

B.3.1. Xpopatoypo@ikoc oruympiopdg Tov eyyvpatog Tov goirov (CBI)

To éyyopa tov OAL®V anédwoe vroAeypo Bdpovg 0.7 g (CBI), to omoio vroPAnonke og
YPOUATOYPOPIO. GTAANG e VAIKO TANPOGE®S YEAN 0&etdiov Tov mupttiov (15 cm x 3.5 cm) pe
Bobudwt €xkAovorn pe piypa dwAivtov DCM: MeOH: H2O avEavopévng moAKOTNTOC.
EMoeOnoav cuvolikd 84 khaouata pécov oykov 15 ml.

Mivaokag B.3.1.a

Kldopata 2O6TNHO SLOAVTOV
DCM: MeOH: H,O
1 92:8:0.8
2-3 90:10: 1
4-6 88:12:1.2
7-13 85:15:15
14-21 82:18:1.8
22-33 80: 20: 2
34-46 78:22: 2.2
47-59 75:25: 2.5
60-67 70:30: 3
68-71 68: 32: 3.2
72-76 65: 35: 3.5
77-80 60: 40: 4
EtOAc: MeOH: H.0
81-82 66.5: 20: 13.5
MeOH
83-84 100

Ta kKAdopata avantdydnkav e avalvTikn xpopoatoypapio Aentig otifdoag enl yéAng o&ediov
TOV TUPLTIOL e GUGTNUA SLIAVTAOV VATTVENG:

N N 2

DCM: MeOH:
DCM: MeOH:
DCM: MeOH:
DCM: MeOH:
DCM: MeOH:
DCM: MeOH:
EtOAc: MeOH: H20 (5: 1.5: 1) yw o kKAdopata 81-84

H20 (9: 1: 0.1) yia To KAGopato 1-7

H20 (8.5: 1.5: 0.15) yw T kKAGopata 10-17
H20 (8: 2: 0.1) yw to KAdopata 18-57
H20 (7.5: 2.5: 0.25) ywo 0 KAAopato 58-62
H20 (7: 3: 0.3) yio To KAGopato 63-72

H20 (6: 4: 0.4) y1a Ta KAGopato 73-80

KoL TPOYLOTOTOWON KAV 01 0kOAOVOES GLVEVAGELS:

» CBI_A(1-3) > 7.4mg = CBI_C(9-13) & 1 mg
o CBI_B (4-8) > 2 mg = CBI_D (14-17) - 3.3 mg
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CBI_E (18-25) > 7.5 mg = CBI_O (60-63) > 23.9 mg

CBI_F (26-28) - 1.5 mg = CBI_P (64-65) - 5.8 mg
CBI_G (29-30) > 1.1 mg = CBI_Q (66-70) > 53.3 mg
CBI_H (31-43) > 8.4 mg = CBI_R (71-73) 2 22.1 mg
CBI_I (44) > 0.9 mg = CBI_S (74) 2 9.0 mg
CBI_J (45-48) - 8.8 mg o CBIL_T (75-76) = 19.3 mg
CBI_K (49) - 0.7 mg = CBI_U (77-80) - 61 mg
CBI_L (50-53) = 9.1 mg = CBI_V (81-82) > 17.8 mg
CBI_M (54) > 1.2mg = CBI_W (83-84) > 13.9 mg

CBI_N (55-59) = 0.5 mg

‘Enetta amd @ocpatookonikd EAeyyo TovtomominKay ot TopoaKdTt®m ovcies:

CBI_F tavtomomOnke og amryevivo-7-0-[6""-O-(E-z-kovpapoiro)]-B-D-
YAvKOTVpPavoGiong (ovoia 13)

CBI_I tavtonomnke og 16o6kovTEALOPEIVO-T7-O-[6"""-akeTVA0-O-B-D-
allomvpavoovro-(1—2)-p-D-yhvkomvpavoesiong (ovcio 14)
CBI_K tovtonomnke og 4'-O-pedvio-tcockovterrapeivo-7-0-[6
D-aAlomopavocvro-(1->2)-p-D-yhvokomvpavosiong (ovoio 15)
CBI_M xo1 CBI_O tavtonomdnkay og AevkocenTooiong A (ovoia 19)
CBI_R ka1t CBI_S tavtormomnkav og Aapavroviipoiiociong (ovcio 20)

-0KeTVAO0-O--

KAAXZMA CBI_H (8.4 mg)

[Ipaypatomombnke mapackevaoTiK ypopatoypaeio emt Aentig otifadag ofewdiov ToL
moprtiov pe ovoTnua avantuéng to piypa dwivtov EtoAc: MeOH: H2O 8: 1.5: 1, omote
wpoékvyayv 4 (hves.

Iivaxog B.3.1.

Zoveg IMocétnTo (mg) Rt
CBI_HpTLC1 1.2 0.35
CBI_HpTLC2 0.4 0.44
CBI_HpTLC3 0.3 0.55
CBI_HpTLC4 1.0 0.60

‘Encrta oand poospotookonikd Eheyyo, ot mopandve (dveg TavTomomdnkoy og:

CBI_HpTLCI, tovtomombnke g ayrovykosidng (ovciao 4)
CBI_HpTLC4, tovtomombnke wg amryevivo-7-0O-f-D-yAvkomvpavosidng (ovoio 11)
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KAAZMA CBI_Q (56.3 mg)

YnoPAnOnke oe ypopatoypagioc othAng (14 cm x 1.5 cm) pe vAkd TAnpooemg YéAN o&gdion
Tov Tupttiov kot Pabudmt) ékhovon pe piypa dwivtdv DCM: MeOH: H20 av&ovopevng
nolkotTOoc. EAeOncav cuvolikd 82 kKidopata pécov dykov 15 ml.

Mivakag B.3.1.y

Kldopata 206TNHO SLOAVTOV
DCM: MeOH: H20
1 92:8:0.8
1-2 91:9: 0.9
2-3 90:10: 1
4-9 89:11: 1.1
10-17 88:12:1.2
18-24 87:13:1.3
25-31 86:14:1.4
32-37 85:15:1.5
38-44 83:17: 1.7
45-51 80: 20: 2
52-58 78:22: 2.2
59-64 75:25: 2.5
65-70 70: 30: 3
71-76 65: 35: 3.5
EtOAc: MeOH: H,O
77-81 66.5: 20 : 13.5
MeOH
82 100

Ta KAdopota avartoydnkay 6€ avarlvTikn ypopatoypoeio Aentie otifadag ent yéAng o&ediov

TOV TLPITIOV e GVOTNHO OHAVT®V avAaTTLENG:

Ko

— DCM: MeOH: H20 (8: 2: 0.2) v To. kKAdopota 1-26

— DCM: MeOH: H20 (7.5: 2.5: 0.25) yia to KAdopoto 27-65
— DCM: MeOH: H20 (7: 3: 0.3) yw Ta kAGopata 66-70

— EtOAc: MeOH: H20 (5: 1.5: 1) yia ta kKAdopoata 71-82

POy LaTOTomOnKaV 01 akOAOVOEG GLVEVDGELS:

o CBI_QA (1-18) = 0.9 mg

= CBI_QB (19) > 2.5mg

= CBI_QB1 (20) > 9.2mg

= CBI_QB2 (21) > 2.0 mg

= CBI_QC (22) > 0.7 mg

s CBI_QC1 (23-26) > 0 mg

= CBI_QC2 (27) > 5.6 mg

= CBI_QC3(28-29) > 1.8 mg
= CBI_QD (30-32) = 0.1 mg
o CBI_QE (33-34) - 3.4 mg

= CBI_QF (35) > 0.7 mg

= CBI_QG (36-38) - 0.3 mg
= CBI_QH (39-40) - 3.9 mg
= CBI_QI (41-42) > 0.5mg
o CBI_QJ (43-44) > 0 mg

= CBI_QK (45-47) = 0.4 mg
= CBI_QL (48-49) - 0.2 mg
= CBI_QM (50-53) > 0.6 mg
= CBI_QN (54) = 0.1 mg

= CBI_QO (55) = 0.3 mg
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»  CBI_QP (56-59) > 0.4 mg = CBI_QS (71-78) > 0 mg
o= CBI_QQ (60-65) = 0.4 mg = CBI_QT (79-81) 0.3 mg
= CBI_QR (66-70) > 0.2 mg = CBI_QU (82) > 0.5mg

‘Enetta and @ocpatookonikd EAeyyo ToanTomomOnKoy ol TapakdT® ovcieg:

= CBI_QB tavtomombnke o¢ akteosidng (ovoio 18)
= CBI_QC tavtomombnke wg Agovosiong A (ovoia 23)

KAAXMA CBI_U (61.0 mg)

YnoPAnonke og ypopatoypoeio otThAng (14 cm x 2.5 cm) pe vikd TAnpooemg Sephadex LH
20 kot wooxkpatikn ékhovon pe dwAvtn 100% MeOH. Eanednocav cuvolikd 22 kAdopoto
péoov dykov 5 ml. Ta KAdopoto avamtdydnKav o€ OVOALTIK YPOUOTOYPAPIiO. AETTNG
oTipddag eni yéAng o&ediov Tov mupttiov pe cvatnpa dtwAvtodv avantvéng DCM: MeOH: H.O
(6: 4:0.4).

AxolobOnocav o1 TOPAKATO GUVEVOGELS:

o CBI_UA (1-5) > 3.8 mg = CBI_UF (11-12) > 3.5 mg
= CBI_UB (6) > 20.4 mg = CBI_UG (13) > 1.5mg

= CBI_UC (7) > 47mg = CBI_UH (14-15) > 1.2 mg
= CBI_UD (8) > 4.0 mg = CBI_UI (16-22) > 0.6 mg

o CBI_UE (9-10) = 3.8 mg

‘Enetto amd @ocpatookonikd EAeyy0 ToLTOTOMONKAY 01 TOPOUKAT® OVGIES:

= CBI_UB tavtomombnke o¢ pehMrrosiong (ovoio 1)
= CBI_UD tovtonomnke og Aapaipmosiong (ovoio 21)
= CBI_UG towtonomnke og yhopoyeviko o&d (ovoia 24)
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B.3.2. Xpopatoypo@ikoc owuympiopdg Tov gyyopatog tov aviiov (CAl)

To éyyopa tov avBémv anédwaoe vroreupa fapovg 1.1 g (CAI). H mocdt o ovth) viroAnonie
0€ YPOUOATOYPOPIO. GTIANG LE VAIKO TANPDGE®S YEAN 0&gwdiov Tov mupttiov (16.5 cm x 3.5
cm) pe Babpudmt éxhovon pe piypo Stwivtov DCM: MeOH: H20 av&avopévng molkdtnrog.
EMoeOnoav cuvolikd 88 khdouata pécov oykov 15 ml.

MMivaxkag B.3.2.a

Kldopata 206TNHO SLOAVTOV
DCM: MeOH: H,O
1-2 92:8:0.8
3-6 90:10:1
7-10 88:12:1.2
11-17 85:15:1.5
18-24 82:18:1.8
25-36 80: 20: 2
37-43 78:22: 2.2
44-49 75:25: 25
50-56 70: 30: 3
57-63 68: 32: 3.2
64-70 65: 35: 3.5
71-76 60: 40: 4
EtOAc : MeOH : H.0
77-80 66.5: 20: 13.5
MeOH
81-88 100

To KAdopota avartoyOnkay o€ avarlvTIK) YpoHatoypoeio Aemtic oTiPddag ent yEANG 0&g1diov

TOV TLPITIOL PE GVOTNHO OHAVT®V avamTLENG:

N
N
N
N
N

AxoAovONocaV 01 TOPAKATO GUVEVOGELS:

DCM: MeOH: H20 (8.5: 1.5: 0.15) yw T kAdopata 1-11
DCM: MeOH: H20 (8: 2: 0.1) yw ta kAdopota 12-30
DCM: MeOH: H20 (7.5: 2.5: 0.25) yw to. KAdopata 31-57
DCM: MeOH: H20 (7: 3: 0.3) v ta kAdopota 58-71
DCM: MeOH: H20 (6: 4: 0.4) v ta. kAGopoto 72-88

CAI_A (1-3) > 6.8 mg
CAI_B (4-7) > 2.9 mg
CAI_C (8-10) © 1.0 mg
CAI_D (11-12) - 0.3 mg
CAIl_E (13-15) - 0.6 mg

= CAI_F (16-17) & 0.8 mg
= CAI_G (18-22) > 3.1 mg
= CAI_H (23-30) > 4.2 mg
= CAI_I (31-32) > 0.8 mg
= CAIl_J(33-35) > 2.0 mg
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= CAI_K (36-37) > 4.0 mg = CAL_T (56-58) > 29.7 mg

o CAI_L (38-40) > 21.4 mg o CAIl_U (59-52) - 21.4 mg

o CAI_M (41) > 4.7 mg o CAI_V (63-64) > 17.5mg

o CAI_N (42) 2 3.3 mg o CAI_W (65-67) =2 22.2 mg
o CAI_O (43-45) - 14.8 mg o CAI_X (68-71) - 19.3mg

o CAI_P (46) - 3.5mg o CAL_Y (72- 76) - 58.8 mg
o CAI_Q (47-48) - 10.2 mg o CAIl_Z (77-82) > 54.5mg

o CAI_R (49-51) - 20.3 mg o CAI_Z1 (83-88) > 178.5 mg

s CALS (52-55) - 36.6 mg

"Enetto and gocpatokonikd EAeyyo tovtomomonkay o1 Topokdtm ovcieg:

= CAIl_J & CAI_K ocvvevobnkav kot tavtortomnkav g 4'-0O-pedvio-vmworaetivo-7-
0-[6"""-axeTvro-O-B-D-airomvpavocvro-(1—2)-p-D-yAvkorvpavosiong (ovoio 17)

= CALN TavtomomOnke O 1606KOVTEALUPEIVO-7-O-[6""-akeTVLO-O-B-D-
allomvpavoovro-(1—2)-p-D-ylvkomvpavesiong (ovcio 14)

KAAZMA CAI_Q (10.2 mg)

[Ipaypatomombnke mapoackevaoTiky ypopatoypaeio ent Aentig otifadag ofewdiov ToOL
Toptiov pe ovotnua avartuéng to piypa dStoivtov DCM: MeOH: H20 7.5: 2.5: 0.25, ondrte
wpoékvyayv 3 (hve.

IMivaxag B.3.2.8

Zoveg IMocoétnta (mg) Rt
CAI_QpTLC1 1.8 0.27
CAI_QpTLC2 2.1 0.48
CAI_QpTLC3 4.0 0.53

‘Enerta oand poaopotookonikd Eheyyo, ot mopandve {dveg TavTomomdnkoy og:

= CAI_QpTLC2, tavtomomnke og piypo 1606KoVTELLAPEIVO-T7-0-[6"""-O-akeTvr0-B-
D-arlomvpavoovro-(1—2)]-6""-0-akeTvro-p-D-yAvkomvpavoosiong (ovsio 16) kot
molvpmoTpivig (ovoia 27)

= CAI_QpTLC3, tavtonomnke og Aevkocentooidong A (ovoia 19)
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KAAXMA CAI_R' (108.0 mg)

Amotelel ovvévoon tov Khaopdtov CAI_R, CAL_S, CAI_T xar CAI_U. YrnoPAnOnke oe
ypouatoypaeio otAng (10 cm x 2.5 cm) pe vAKd TANpOGE®g YEAN 0&g1diov Tov TVPLTioL KOt
Bobudwt €xkAovorn pe piypa dwAivtov DCM: MeOH: H2O av&avopevng moAKOTNTOC.
EMoeOncav cuvorikd 57 kAdopata pécov 6ykov 15 ml.

MMivaxkag B.3.2.y

Kldopata 206TNHO SLOAVTOV

DCM: MeOH: H.0O

1-2 92:8:0.8
2-3 90:10:1
4 87:13:1.3
5-9 85:15:1.5
10-14 82:18:1.8
15-22 80: 20: 2
23-31 75:25: 2.5
32-38 70: 30: 3
39-42 65: 35: 3.5
43-46 60: 40: 4
EtOAc: MeOH: H.O
47-50 66.5 :20: 13.5
MeOH: H20
51-56 100: 0
57 50: 50

To KAdopota avartoydOnkay o€ avarlvTIK) poHatoypoeio Aentic oTiPddag ent YEANG 0EE1diov
TOV TLPITIOL HE GVOTNHO OHAVT®V avaTTLENG:

L il

DCM: MeOH: H20 (8.5: 1.5: 0.15) yw ta kAdopata 1-10
DCM: MeOH: H20 (8: 2: 0.2) yia ta kAdopato 11-18
DCM: MeOH: H20 (7.5: 2.5: 0.25) yw ta kAdopata 19-22
DCM: MeOH: H20 (7: 3: 0.3) v ta kAdopota 23-34
DCM: MeOH: H20 (6.5: 3.5: 0.35) yw ta kAdopoto 35-44
DCM: MeOH: H20 (6: 4: 0.4) v ta. kAdopota 45-57

Kol 0KOAOVON GV 01 TOPAKAT® GUVEVMOGELS:

o

o

o

CAI_R'A (1-4) > 0.5 mg
CAI_R'B (5) > 0.9 mg
CAIl_R'C (6-8) > 1.9 mg
CAI_R'D (9-10) = 0.6 mg
CAIl_RE (11-13) - 1.6 mg
CAl_RF (14-15) > 4.3 mg
CAIl_R'G (16-18) = 4.8 mg

= CAI_R'H (19-22) > 19.9 mg
= CAI_R'l (23-26) > 24.2 mg
= CAI_RYJ(27-28) > 6.6 mg

= CAI_RK (29-32) > 4.3 mg
= CAI_R'L (33-34) > 1.0mg
= CAI_R'M (35-39) = 0.4 mg
= CAI_R'N (40-47) > 1.1 mg

51



o CAI_R'O (48-49) - 0.9 mg o CAI_R'P (50-57) 2 0.4 mg
"‘Enerta omd pooHoTOoKOTIKO EAEYYO TAVTOTOMONKAY Ol TOPAKAT®O OVCIES:

= CAI_R'D tovtonomdnke og 16o6kovteEALapeivo-7-0-[6""-O-akeTvro-f-D-
allomvpavoovro-(1—2)]-B-D-yhvkorvpavosiong (ovcio 14)

= CAI_RE tovtonomnke wg piypo tov 4'-O-pegduvro- 16ookovtelhapeivo-7-0O-[6
O-aketvio-p-D-arrlomvpavocviro-(1—2)]-B-D-yAvkomvpavosion (ovcio 15) ko
Aevkooentooion A (ovcia 19)

KAAXMA CAI_R'H' (55.0 mg)

Amoterel cuvévoon tov Khaoudtov CAlL_R'H, CAl_R'l, CAl_R'J xo1 CAl_R'K. YropAnOnke
o€ ypopatoypapioc otAnNG (10 cm x 2 cm) pe vVAKO TAnpo®cems YA o&ewdiov Tov mupitiov
kot Padudmt ékhovon pe piypo stoivtov EtOAC : MeOH : H2O av&avopevng molkotrag.
EMoeOncav cuvolikd 32 kAdopoto pésov dykov S ml.

IMivoxag B.3.2.0

Kldopata 206TNHO SLOAVTOV
EtOAc: MeOH: H.0

1-6 9:15:1

7-14 8:1.5:1
15-21 7:15:1
22-28 5:15:1
29-30 5:15:1
31-32 5:5:0

Ta KAdopota avartoyOnkay o€ avarlvTiK) popatoypoeio Aemtnc oTiPddag ent yEANG 0&ediov
TOV TLPITIOV PE GVOTNLO SIHAVTOV AVATTLENG:

— EtOAc: MeOH: H20 (9: 1.5: 1) yia ta kKAdopota 1-10

— EtOAc: MeOH: H20 (8: 1.5: 1) yia ta kKAdopoto 10-14
— EtOAc: MeOH: H20 (7: 1.5: 1) yia ta kKAdopota 15-20
— EtOAc: MeOH: H20 (6: 1.5: 1) yia ta kKAdopata 20-32

Kol 0KOAOVON GOV 01 TOPOKAT® GVVEVAGELS:

o« CAI_R'H'A (2,4-6) - 18.3 mg = CAI_RHF (14) > 1.2 mg

= CAI_RHB (3) > 3.5mg = CAI_R'H'G (15-18) - 4.8 mg
= CAI_R'H'D (7-9) > 5.5mg = CAI_R'H'H (19-24) - 3.6 mg
= CAI_R'HE (10-13) - 5.2 mg = CAI_R'H'l (25-30) = 0.4 mg

"‘Enerta oand ooopoTooKomKO EAEYY0 TAVTOTOMONKAY Ol TOPAKAT® OVGIES:

= CAI_R'H'B tavtoromfnke og akreosidng (ovcio 18)
= CAI_RHE xat CAI_R'H'G toavtomombnkov ®g piypate pe KOPO GLGTOTIKO TOV
Agovocsion A (ovoia 23)
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KAAXMA CAI_R'H'E (5.2 mg)

[IpaypoatonomOnke TUPACKEVAGTIKY YpOUATOYpapio enl Aent otifddag ofediov
TOV TupLTiov pe cHotnua avarntvéng to e&ng piypa dwwivtov EtOAc: MeOH: H,O 7: 1.5: 1,
omote Tpoékvyay 3 LOves.

Hivokag B.3.2.¢
Z®veg Mocétra (mg) Rt
CAl_R'H'EpTLC1 1.9 0.33
CAIl_R'H'EpTLC2 2.4 0.50
CAIl_R'H'EpTLC3 2.1 0.55

‘Enetta and ocpatookonikd EAeyyo, ol mapoamdveo (Oveg TanTomomonKay mg:

= CAI_R'HEpTLCI, tovtonomnke g yevimoodké o&0 (ovcia 2)
= CAI_R'HEpTLC2, tavtonomdnke mg Aeovosiong A (ovcia 23)

KAAZMA CAI_V' (59.0 mg)

Amoteret ouvévoon tov CAL_V, CAI_W, CAI_X kot vrofidnke o€ ypopotoypapio 6GTAANG
(14 cm x 2.0 cm) pe VAIKO TANpdGEmg YEAN 0&etdiov Tov mupttiov kot fabdwtn Ekhovon pe
piypa dwwAvtov DCM: MeOH: H20 avéavopevng moAwkotroc. EAneOnoav cvvolwkd 53
KAaopata pécov oykov 10 ml.

ITivaxog B.3.2.61

. YooTnpo
A R OLIAVTOV
DCM: MeOH: H,O
1 95: 5: 0.5
2-3 92:8:0.8
3-4 90:10: 1
5-6 88:12:1.2
7-9 85:15: 1.5
10-13 82:18:1.8
14-18 80: 20: 2
19-24 75:25: 2.5
25-31 72:28: 2.8
32-38 70: 30: 3
39-42 65: 35: 3.5
43-46 60: 40: 4
EtOAc: MeOH: H.O
47-51 66.5: 20: 13.5
MeOH
52-53 100
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Ta KAdopato avartdydnKay e avaAVTIKN YpopoToypa@io Aemtig oTipddag eml yéANg o&ediov
TOV TVPITIOL [E CUGTNLA SIHAVTOV VATTVENG:

— DCM: MeOH: H20 (8.5: 1.5: 0.15) yw T kKAdopota 1-14
— DCM: MeOH: H20 (8: 2: 0.2) yia ta. khdopota 15-21

— DCM: MeOH: H20 (7.5: 2.5: 0.25) yw T KAdopota 21-29
— DCM: MeOH: H20 (7: 3: 0.3) y1a ta. khdopota 30-39

— DCM: MeOH: H20 (6: 4: 0.4) ya ta. khdopota 40-53

Kol akoAoVONGaY 01 TOPAKAT® GVVEVMOGELS:

= CAI_V'A (1-21) > 1.0 mg = CAI_V'F (38) > 0.2 mg
o CAI_V'B (22-25) > 1.0 mg = CAI_V'G (39) = 0.5 mg
o CAI_V'C (26-29) > 6.3 mg = CAI_V'H (40-51) > 1.0 mg
o CAI_V'D (30-35) = 22.0 mg = CAI_V'l (52-53) > 0.3 mg

= CAI_V'E (36-37) > 2.1 mg

KAAZMA CAI_Y (58.8 mg)

YnoPAnonke og ypoupatoypoaeio otTAng (19 cm x 2.0 cm) pe vikd TAnpdoemg Sephadex LH
20 LH 20 kot woxpatikr ékAovon pe daddvty MeOH. EMjedncav cuvolikd 20 khdcpoto
péoov Gykov 5 ml. Ta KAdopoto avamtdyOnKov pHe OVOALTIKY YPOUOTOYPAPIO. AETTNG
oTiddag eni yéAng o&ediov Tov muprriov pe cvotnpa dtwAvtav avarntvéng DCM: MeOH: H.O
(6: 4:0.4).

AxolobOnoav o1 TOPUKATO GUVEVOGELS:

= CAL_YA (1-2) > 1.6 mg = CAL_YF (9) > 1.7 mg

= CAIL_YB (3) > 20.9 mg = CAI_YG (10-11) > 0.2 mg
= CAI_YC (4) > 7.8mg = CAI_YH (12-15) > 0.7 mg
= CAL_YD (5-6) > 6.0 mg s CAL_YI (16-20) - 0.6 mg

o= CAI_YE (7-8) © 10.8 mg

‘Enetta amd @ocpatooKomikd EAEYY0 TOVTOTOMONKAV TO TOPAUKAT® KAAGLOTOL:

= CAI_YB towtonomdnke og perrrosiong (ovoio 1)
=  CAL_YC tovtomomfnke ¢ Aapaipmosidong (ovoia 21)
»  CAL_YF tavtomomfnke w¢ yhopoyeviko o&d (ovoio 24)
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AIATPAMMA POHZ: EFTXYMA ®YAAQN S. cypria (CBI)

CBI A

CBI C

CBI_E

CBI D

91

CBI G

§ e

!
|

CBI_H

(

CBI J

CBI_L

CBI N

s

CBI_P

Prep. TLC
silica gel

CC silica gel

—
—

CBI Q

CBILT

ta JEx

CC sephadex

CBI U

CBI W

81

CBIL_V

1Y
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AIATPAMMA POHX: ETXYMA ANOEQN S. cypria (CAI)

CAL A

CALE

CAIL G

I

B

CAL B

Prep. TLC
silica gel

CAI D

CALF

CALI

i

CAL H

— Cc_&ui.ca ggl

CAI M

£

CAL O

CAL Q

8 IER

CAI L

CAL P

CAI R’

CAL V'

:

CAI Z

CALY

CAI ZI |

'] CC silica gel

CC_ sephadex

i lil llI
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B.3.3. Xpopoatoypo@ikos owuympiopos tov pedavokov eKYLVAMOPOTOS TOV QUALOV
(CBM)

H exydiion tov O v pe MeOH w¢ dtodvut) anédmwoe vrorepa Bapovg 0.7 g (CBM). H
TOGOTNTA VTN VIOPANONKE GE YPOUATOYPOPIOt GTIANG HE VAKO TANpOoE®G YEAN 0&gidion
tov moptriov (10 cm x 3.5 cm) pe fadudmt) ékhovon pe piypo dtwivtov DCM: MeOH: H2O
avéavopévne moAkotntag. EAedncav cuvolika 115 khdopata pécov dykov 10 ml.

Hivakaog B.3.3.a

. Xootnua
i 05 Swh:‘:rl(:')v
DCM: MeOH: H20
1-7 99:1: 0.1
8-15 97:3:0.3
16-21 95:5:0.5
22-32 92:8:0.8
33-40 90:10: 1
41-46 88:12:1.2
47-52 85:15: 1.5
53-60 82:18:1.8
61-68 80: 20: 2
69-79 78:22:2.2
80-90 75:25:2.5
91-98 70:30: 3
99-105 65: 35: 3.5
106-108 60: 40: 4
MeOH
109-112 100
MeOH: H20
113-115 50: 50

To K dopota avartoyOnkay o€ avarlvTIK) YpoHatoypoeio Aemtic oTiPddag ent yEANG 0Ee1diov
TOV TUPLTIOL e GUGTNUA SLHAVTAOV VATTVENG:

DCM: EtoAc (9:1) yw ta kKAdopata 1-16

DCM: MeOH: H20 (9: 1: 0.1) yw ta kAdopota 17-50
DCM: MeOH: H20 (8: 2: 0.2) v ta kAdopota 51-79
DCM: MeOH: H20 (7.5: 2.5: 0.25) yw ta kAdopoto 80-99
DCM: MeOH: Hz0 (7: 3: 0.3) yw ta kAdopata 100-104
DCM: MeOH: Hz0 (6: 4: 0.4) yw ta khdopata 105-115

i il il
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AxoAloVOncaV 01 TOPAKAT® GUVEVAGELS:

CBM_A (1-5) 2 3.2mg
CBM_B (6-9) - 5.2 mg
CBM_C (10-11) 2> 2 mg
CBM_D (12-14) - 3.9 mg
CBM_E (15) - 13.5mg
CBM_F (16-17) - 25.3 mg
CBM_G (18) - 1.6 mg
CBM_H (19, 21, 22) - 8.3 mg
CBM_I (20) - 3.2mg
CBM_J (23-25) 2 2.5 mg
CBM_K (26, 28) > 1.2 mg
CBM_L (27) - 0.3 mg
CBM_M (29) - 0.6 mg
CBM_N (30-34) - 4.1 mg
CBM_O (35) - 0.9 mg
CBM_P (36-38) = 0.6 mg
CBM_Q (39-44) - 3.4 mg
CBM_R (45-46) > 5.4 mg
CBM_S (47) > 0.9 mg

CBM_T (48-49) - 2.8 mg
CBM_U (50-52) - 6.8 mg
CBM_V (53-54) - 5.4 mg
CBM_W (55) - 0.3 mg
CBM_X (56-57) - 2.3 mg
CBM_Y (58-60) - 5.7 mg
CBM_Z (61-66) - 13.2mg
CBM_Z1 (67) = 3.2 mg
CBM_Z2 (68-74) - 15.1 mg
CBM_Z3 (75-82) - 11.0 mg
CBM_Z4 (83-87) - 6.1 mg
CBM_Z5 (88-92) - 26.0 mg
CBM_Z6 (93-100) - 34.4 mg
CBM_Z7 (101-102) - 19.0 mg
CBM_Z8 (103) - 8.5mg
CBM_Z9 (104-107) - 59.7 mg
CBM_Z10 (108) - 3.0 mg

‘Enetta amd @ocpatookonikd EAeyy0 ToVTOTOMONKAV 01 TOPOKAT® OVGIES:

CBM_O tovtonomnke wg amyevivy (ovoio 10)
CBM _S tavtomombnke w¢ amvyevivo-7-0-(4""-r-koopapoiro)-B-D-

YAvKoTVpavosidng (ovoia 12)

CBM_Z8 tovtonomdnke og Aafavrovirpoirosiong (ovcio 20)
CBM_Z10 tavtoromOnke g piypo pemtrooion (ovsio 1) kot yAmpoyevikov

o&éog (ovoia 24)

KAAXMA CBM_E (13.5 mg)

[Ipaypoatomombnke mopackevacTiKy ypopatoypaeio ent Aemntig otifadoc o&ewiov tov
nopttiov pe cvoTNUa avaTTLENG T0 £ENG piypa dStodvtdv DCM: EtoAc 9: 1, ondte mpoékvyav
4 Lovec.

IMivexag B.3.3.p

Zoveg Mocoétnra (mg) Ry
CBM_Eprepl 5.6 0.25
CBM_Eprep2 3.2 0.45
CBM_Eprep3 1.1 0.60
CBM_Eprep4 14 0.62
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‘Enerta omd poopotookonikd Eheyyo, ot mopandve {dveg Tantomomdnkoy wg:

= CBM_Eprepl tovtonomnke mg tpreraivn (ovoia 29)

= CBM_Eprep2 toavtomombnke g m-vopoEu-@aivoro-olOVAEGTEPAS TOV GTEUPLKOD
o&éog (ovaia 28)

= CBM_Eprep3 tovtonomnke og otrypactepdin (ovcio 8)

= CBM_Eprep4 tovtonomnke wg f-orroetepoin (ovcia 9)

KAAXMA CBM_G' (15.6 mg)

I[MponABe amd ™ ovvévoon tov kiooudtov CBM_G, CBM_H, CBM_I kot CBM_J.
[Ipaypatomombnke mapackevaotiky ypopotoypaeio ent Aentig otifddag ofewdiov TOL
nopttiov pe cvotnua avartuéng to eéng piypo dSteivtov DCM: MeOH: H>O 9.5: 0.5: 0.05,
omote mposkvyoav 4 (Dves.

Mivakag B.3.3.y

Zoveg Mocoétnra (mg) Rt
CBM_G'prepl 1.2 0.18
CBM_G'prep2 0.6 0.33
CBM_G'prep3 2.5 0.43
CBM_G'prep4 2.5 0.48

"Enetta and pocpatookonikd Eleyyo, ot mapoamdve (OVES TonTomomonKay mg:

= CBM_G'prepl tovtonomdnke og 3-akeTvA0-AevKavOorn (ovcio 7)
= CBM_G'prep3 tovtonomdnke og puiypo Mveapoing kot 61d6Ang (ovoieg 5 & 6)

KAAXMA CBM_Z (13.2 mg)

[Ipaypatomombnke mapackevaoTK ypopatoypoaeio emt Aentig otifadag ofewdiov ToL
moptiov pe ovoTHA avarnTLENS To £ENG Hiypa dtwivtdv ETOAC: MeOH: Ho0 8: 1.5: 1, omote
npoékvyav 6 LOVes.

IMivaxac B.3.3.0
Zoveg MMocoétnra (mg) Ry
CBM_Zprepl 1.2 0.18
CBM_Zprep2 0.6 0.33
CBM_Zprep3 2.5 0.43
CBM_Zprep4 2.5 0.48
CBM_Zprep5 0.9 0.58
CBM_Zprep6 15 0.63
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‘Enerta omd poopotookonikd Eheyyo, ot mopandve {dveg Tantomomdnkoy wg:
=  CBM_Zprep3 tovtonomnke mg evyevuro-f-D-yAvkomvpavosiong (ovoia 25)
= CBM_Zprep4 rtavtomombnke w¢  4'-0-pebvro-vmoragtivo-7-0-[6""-O-B-D-
aAllomvpavosvro-(1—2)-p-D-ylvkomvpavosiong (ovcio 17)
=  CBM_Zprep6 tavtonomdnke mg amyevivo-7-O-p-D-yAvkomvpavosiong (ovcio 11)

KAAXMA CBM_Z2 (15.1 mg)

[MpaypotonomOnke mTOPACKEVAGTIKY YpouaToypopion €nt Aemtig oTifddoc o&ewdiov Tov
mopttiov pe cvoTNUe avarnTuéng to €&ng piypa dwwivtov EtOAc: MeOH: H20 9: 1.5: 1, ondte
wpoékvyay 6 LOves.

Mivakag B.3.3.6

Zoveg MMocoétynra (mg) Rt
CBM_Z2prepl 1.6 0.18
CBM_Z2prep2 2.0 0.27
CBM_Z2prep3 1.9 0.35
CBM_Z2prep4 1.2 0.39
CBM_Z2prep5 2.6 0.49
CBM_Z2prep6 3 0.59

"Enetta and pocpatookonikd Eleyyo, ol mapoamdve (OVES TonTomomonKay mg:

= CBM_Z2prep3 tavtomombnke wg pevivro-f-D-yAvkomvpavosidng (ovcio 26)

= CBM_Z2prep5 tovtomomdnke o¢ 1606K0OVTEALOPEIVO-7-0O-[6""-O-akeTVAO-B-D-
allomvpavoovro-(1—2)]-6"-0-akeTvro-B-D-yAvkomvpavosiong (ovoio 16)

= CBM_Z2prep6 tavtomombnke w¢ Aevkosentosions A (ovoio 19)

KAAXMA CBM_Z4' (21.5 mg)

[IponABe amd ™ ocvvévoon tov Kiacpdtov CBM_Z4 woir CBM_Z5. Tlpoaypatomonke
TOPOACKEVOCTIKY YpOUaTOYpoeia el Aemtng otifddag o&ewiov Tov muprriov pe cvoTNUO
avéntuéng to e&ng piypa dtwivtov EtOAC: MeOH: H20 7: 1.5: 1, omdte mpoékvyayv 6 LOveg.

IMivaxag B.3.3.¢
Zoveg IMoootnTa (Mg) Ry
CBM_Z4'prepl 1.4 0.26
CBM_Z4'prep2 2.6 0.32
CBM_Z4'prep3 1.3 0.38
CBM_Z4'prepd 4.8 0.52
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CBM_Z4'prep5 1.7 0.62
CBM_Z4'prep6 4.7 0.72

"Enetta and pacpatookonikd EAeyyo, ol mapamdve (OveS TonTomomnKay mg:

= CBM_ZA4'prep3 tavtorombnke wg 8-exr hoyaviko oo (ovoia 3)
= CBM_ZA4'prep4 tavtomombnke g Agovosiong A (ovcia 23)
= CBM_ZA4'prepb tavtomombnke og akteosiong (ovoio 18)

KAAXMA CBM_Z6 (20.4 mg)

[Ipaypatomombnke mapackevaotiky ypopotoypaeio ent Aentig otifadag ofewdiov TOL
mopttiov pe cvoTNUa avarnTuéng to €€ng piypa dwwivtov EtOAC: MeOH: H20 7: 1.5: 1, ondte
npoékvyav 6 LOves.

IMivaxog B.3.3.61

Zoveg IMMoocotnTa (mg) Rt
CBM_Z6prepl 5.4 0.14
CBM_Z6prep2 2.5 0.29
CBM_Z6prep3 2.1 0.38
CBM_Z6prep4 2.5 0.49
CBM_Z6prep5 2.2 0.54
CBM_Z6prep6 &8 0.66

"Enetta and pocpatookonikd EAeyyo, ot mapoamdve (OVES TonTomomonKay mg:

= CBM_Z6prep4 tavtorombnke wg Aopoveidns B (ovoia 22)
= CBM_Z6prep5 tavtorombnke g Agovosiong A (ovoia 23)
= CBM_Z6prep6 tavtomombnke w¢ akteosidng (ovoio 18)

KAAXMA CBM_Z9' (62.0 mg)

[IponABe amd ™ ocvvévmon tov klooudtov CBM_Z9 wor CBM_Z10. YrnoPfAOnke oe
ypouatoypoaeioc othAng (13 cm x 2.5 cm) pe viAkd Tinpwceng Sephadex LH 20 LH 20 ko
ookpatiky ékhovon pe dwivtn MeOH. Exedncav cuvolkd 19 kidopato pécov dykov 5
ml. Ta KAdopata ovoartdydnkay pe avoAvTiky ypopatoypagioo Aentig otipdoag emi yéAng
o&gdiov Tov mupttiov pe cvoTnue dolvtdv ovarntuéng DCM: MeOH: H20 (6: 4: 0.4).

AxoAlovONcaV 01 TOPAKAT® GUVEVAGELS:

»  CBM_Z9'A (1-6, 8-10) > 25.2 mg
» CBM_Z9B (7) > 1.5mg
= CBM_Z9D (11-12) > 13.8 mg
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= CBM_Z9E (13-14) > 2.5 mg
= CBM_Z9F (15-19) > 0.9 mg

"‘Enerta omd @ooHoTooKOTIKO EAEYYO TAVTOTOMONKAY TO TOPUKAT® KAAGUOTO:

= CBM_Z9'B tavtomomnke wg pemrrosiong (ovoio 1)
= CBM_Z9'E tavtomombnke ¢ Aapoipmociong (ovcio 21)
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AIATPAMMA POHX: MEOANOAIKO EKXYAIZMA ®YAAQN S. cypria (CBM)
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T 1 PrepTLC
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Ovoia 1: Meghttooiong
(2R,2'R,3S,3'S,4S,4'S,5R,5'R,6S,6'S)-6,6'-(((1S,5R)-5-v3po&v-7-(vdpo&upuedvro)-5,7a-
dwdpoxvkromevtav[c]mupavo-1,4a(1H)-61wro)d16(0&v))di6(2-(vdpo&upeduro)teTpadpo-2H-
mopavo-3,4,5-Tploin

[o]

s
B
w0
Hi
B
HO N
HO. B
il

OH !

H ovoia 1 aropovodnke o¢ Gypopo bVTOAEUp KOl 1] TOLTOTOINGCT TS TPOyHOTOTomOnKe
péom eacpdrov ‘H-NMR, COSY, HSQC kat HMBC, xafd¢ kot pe oOYKplon e
BBAtoypaguca dedopéva (Swiatek et al., 1981; Serrilli et al., 2006).

O peMtrociong amopovodnke yioo mpmdTn Qopd and to @utd Melittis melissophyllum
(Lamiaceae) xou mepieypaonke omd tovg Scarpati & Esposito 1o 1967, eved 1o 1980
amopovadnke amd to putd Plantago media (Plantaginaceae) (Swiatek et al., 1981; Venditti et
al., 2016c). Eivar to Tpd1o 1p180€1d£¢ mov Ppédnke pe d00 poOPLaL GOKYAPOV, CLUYKEKPIUEVOL
yAvkoong (Scarpati & Esposito, 1967). Eyet Bpebei, motdco, kar o€ €161 tov yévovug Sideritis
(Lamiaceae) 6moc S. syriaca L. (Koleva et al., 2003; Fraga, 2012), S. montana L., (Koleva et
al., 2003; Fraga, 2012), S. clandestina subsp. clandestina (Vasilopoulou et al., 2013), S. trojana
(Kirmizibekmez et al., 2012), S. italica (Venditti et al., 2013), S. montana L. subsp. montana
(Venditti et al., 2016a), S. germanicopolitana Bornm. (Kirmizibekmez et al., 2019), S.
perfoliata L. subsp. perfoliata (Chrysargyris et al., 2019), S. euboea Heldr. (Tomou et al.,
2019), aAAG kou o€ €10 TOL YEITOVIKOD Yévoug Stachys tng owkoyévelag twv Lamiaceae, 6mmg

S. glutinosa kau S. grandidentata (Muioz et al., 2001; Serrilli et al., 2006).

Amopovavetot yua Tpdt eopd amd tov S. cypria Post.

Am6 10 pdopa *H-NMR AdBape ta axcdrovda crjpoto:
- Ta okepwikd mpotovia H-3 ko H-4 gpepaviCovtal g po oA kopuer| 10 kobéva o€ On
6.37 (J=6.5 Hz) xou o€ 6n 5.12 (J=6.5 Hz), avrtictoryo.

- To npwtdvio H-7 gppaviCeton oe du 5.79 o¢ i gvpeio amkn kopuen.
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- To mpwtdvio H-1 gppaviCeton og pa dutkn kopven og ou 5.59 (J=3.9 Hz).
- To mpwtdvio H-6 gppaviCeton oe du 4.37 og o gvpeio amhn Kopuen.
- Ta peBurevikd tpotovia CHz-10 epgavilovtat og on 4.20 ¢ pia dutAn kopven (J=7.6 Hz)

OV OAOKANPMVEL Y10, VO TPOTOHVLOL.

Amd 10 paopo COSY emPefoimbnke ot
- To npwtdvio H-1 (8u 5.59) cvledyvuton pe 1o yerrovikd tov pwtovio H-9 (8u 3.33).
- To mpwtdvio H-3 (o1 6.37) culedyvuton pe o yertovikd tov ntpwtovio H-4 (du5.12).

- To npwtdvio H-6 (61 4.37) cvledyvuton pe 1o yerrovikd tov npwtdvio H-7 (du 5.79).

21N pecaio TEPLOYN TOL PACUATOG dlakpivovTal dVo SITAEC Kopveés o On 4.67 (H-1", J=7.9
Hz) kot og ou 4.61 (H-1', J=7.9 Hz), o1 onoieg avtiotoryovv 610 avouepIKE TPOTOVIN S0
popiov cakydpov. H otabepd o0levéing tov avouepikodv tpotoviov (J=7.9Hz kat ota 600)

oonyel oty voyio OTL TPOKELTAL Y10 OVO HOPLAL YAVKOOT|G.

Amd 10 eaopo COSY dwmiotmbnke ot

- To avouepkd tpmtovio H-1' (61 4.61) cvledyvotar pe to yerrovikod tov mpotovio H-2' (on
3.27).

- To avouepkd tpmtovio H-1" (01 4.67) cvlebyvuton pe To yertoviko tov tpmtovio H-2" (du

3.29).

Me ™™ Ponbeia toov @oocpdtov HSQC omoddbniov ot ynukéc UETATOMICES TMOV
TPOTOVIOUEVOV avOpdkmv Kot pe 10 eacpo HMBC emBefoaimOnke n ynuik dopn| g ovciog
1.

Ano to edopa HMBC emBePardbnkav, emiong, ot 0éoelg ohvdoeong tov cokydpmv G610
OKEAETO TOV LOPIoV. ZVYKEKPIUEVA, TO OVOUEPIKO TpwTOVIO H-1' ¢ piag yAvkoong divel onua
dactovpoong pe tov avbpaka oe dc 93.6 (C-1), evd 10 avouepikd npwtovio H-1" tng
devTEPNG YAuKOONG divel onpa dtctavpwong pe Tov avlpaka og dc 79.7 (C-5). Tuvendg, n

po yAvkoon cvvoéetar ot 0éon 1, evd 1 0evTEP YAvKOOT GLUVIEETAL 61T BE0M 5 TOL popiov.
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IMivokog 1: Pacpatockonikd dedopéva e ovoiog 1 (CDsOD, 400 MHz)

@ion  H  ou(ppm) | oMemoémra o0 HMBC
(J, Hz)
Aylvko
1 1 5.59 d (3.9) 93.6 C-1', C-2, C-3,C-5,C-8
2 - - - - -
3 1 6.37 d (6.5) 143.1 C-1,C4,C-5
4 1 5.12 d (6.5) 105.0 C-3,C-5,C-9
5 - - - 79.7 -
6 1 4.37 brs 79.4 C-4,C-7,C-8,C-9
7 1 5.79 brs 128.0 C-5,C-9
8 - - - 146.9 -
9 1 3.33 * 51.0
10 4.20 d (7.6) 60.4 C-7,C-8,C-9
IMwkoon
1 1 4.61 d (7.9 Hz) 97.9 C-1
2' 1 3.27 t (7.9 Hz) 74.4
3.4'5' 3 3.60-3.33 m *
6'a, 6'b 1 3.79-3.63 m 61.5/62.8
I'\vkoon
1" 1 4.67 d (7.9 Hz) 99.5 C-5
2" 1 3.29 t (7.9 Hz) 711
3",4" 5" 3 3.60-3.33 m *
6"a, 6"b 2 3.79-3.63 m 61.5/62.8

*EnuwcaAvntopeva onpoto
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Ovoia 2: I'evimtoo1d1k6 0
7-(vdpoupehuro)-1-[(2S,3R,4S,5S,6R)-3,4,5-tpwdpo&v-6-(vdpo&uuebvro)o&av-2-vio]o&v-

1,4a,5,7a-teTrpaidpoxvrkionevtav|Clrvupavo-4-kapPoSvAikod o0&y

H ovaio 2 tovtomomdnke péowm gacpdrov *H-NMR kot COSY, kaddg Kot e T 6VYKPIon pe
Biproypaeikd dedopéva (Tzakou et al., 2007; Tao et al., 2007; Liang et al., 2014; Calis et al.,
2020).

"Exet amopovmbei amd to gutd Gardenia jasminoides Ellis (Rubiaceae), o kapmodg tov onoiov
anotelel mapadootakd edppako ™ Kivag kot ypnoyomoleitar evpéme EVOVTL GAEYLOVOV,
{KTEPOV, NTOTIKOV S1TAPAYDV, TVOYEVOV LOADVCEWDV, KaODG Kol ¢ Oepaneia o Tpafnypota
KOl OWNUATO, IOV TPOKaAOVVTOL omtd TN otaciudtta tov aiuatog (blood stasis, blood
stagnation) (Kim et al., 2013; Kwak & Lee, 2015). 'Exet amopoveobei, eniong, amd 10 omdpo
tov @utov Plantago asiatica (Plantaginaceae), om6 to «wéliko @vté Scyphiphora
hydrophyllacea (Rubiaceae) xai amd 10 eAAnvikd evonuikd evtd Galium melanantherum
(Rubiaceae) (Tzakou et al., 2007; Tao et al., 2007; Tanaka et al., 2017). Eyxet avapepOei 611 10
YEVITOO131KO 0ED TaPOVGLALEL AVTIPAEYLOVAOIELS Ko avTvTepTaciké 1010tnteg (Tanaka et al.,

2017).

AmopovaveTot yuo TpmTn eopd and Tov S. cypria., evod dev £xel Bpedel oxetikn Prpioypapio

OYETIKA LLE TNV TOPOLGia TOV 670 Yévog Sideritis yevikotepa.

Am6 10 pdopa *H-NMR AéBape ta axcdrovda orjpoto:

- To mpwtovio H-3 eppaviCetor oe dn 7.22 og po gupeia amAny kopver.. H onpaviikm
amofwPAKIGN TOV TPOTOVIOL OV TOV 0PeileTal GTOV LTOKATAGTATN TNG BEcEMG 4.

- To mpwtévio H-7 eppaviletor og on 5.77 og o evpeio amin Kopuen.

- To mpotdvio H-1 gppaviCetar o on 5.07 og pio durdn kopvoen (J=7.6 Hz).
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- Ta pebBvrevikd mpotévie H-10a xor H-10B eppoaviCovtar oe du 4.31 ko on 4.18,
avTioToKa, MG [ OITAY] Kopven 1o kabéva pe otabepd ovlevéng J=14.2 Hz.

- To npotdvio H-5 eppaviCetor og on 3.26 m¢ o ToALATAN, KOPLOT).

- Ta peboievikd mpomtovie H-6a kot H-6b eppavifovior og on 2.85 ot on 2.10, avtictorya,
®G U0 TOAAATAT] KOpLOT TO Kabéval.

- To mpwtdvio H-9 gupaviCeton o€ on 2.67 og puo tputAn kopven (J=7.6 Hz).

Amd 10 pdopa COSY emPefaidveror n cvvdeon tov tpwtoviov H-1 pe to yertovikd mpmtovio
H-9, n odvdeon tov Tpotoviov H-5 pe ta yerrovikd tov tpmtovie H-6a ko H-6b kot n odvdeon

oV Tpwtoviov H-5 pe to yetrtovikd mpwtdvio H-9.

> pecaio mePOYN TOL EAGHOTOG dlokpiveTal éva ofjua o€ du 4.72 mov avticTotyel 6To
avouepikd tpomtoévio H-1' evdg cakydpov, cuykekpuéva piag yAvkoong (J=7.9 Hz). Me
Bonbela Tov eacpotoc COSY Bpébnke 611 T0 TpwTOVIO H-2' (d1 3.25) ovlevyvuton pe 1o
avopepkd mpotdévio H-1'. To mpwtovio H-2' culedyvutat, emiong, pe TO YETOVIKO TOL
npwtovio H-3' (6u 3.37), to omoio culedyvutan Kat [ TO YELToviko Tov tpmtdvio H-4' (81 3.41).
To mpwtévio H-4' cvledyvotan pe 10 yerrovikd tov mpwtovio H-5' (du 3.30), 10 omoio
ovlevyvuton pe o H-6'b (81 3.66). Télog, emPeParmbnke n cuvdeon pneta&d Tmv pebvievikmv

TpwTovinv TG Béoemg 6' o€ dn 3.86 ko on 3.66 (H-6'a kot H-6'b, avtiotouya).

71



MMivoxkog 2: Pacpatockomikd dedouévo. g ovesiag 2 (CD;OD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
Aylvko
1 1 5.07 d (7.6)
3 1 7.22 brs
5 1 3.26 m
6a 1 2.85 m
6b 1 2.10 m
7 1 5.77 brs
9 1 2.67 t (7.6)
10a 1 4.31 d(14.2)
10b 1 4.18 d(14.2)
IMwkoon
1 1 4.72 d(7.9)
2' 1 3.25 *
3 1 3.37 t(8.1)
4 1 341 t(8.1)
5' 1 3.30 m
6'a 1 3.86 dd (12.3, 2.5)
6'b 1 3.66 dd (12.3, 4.7)

*EmucaAvmtopeva onpota
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Oveia 3: 8-emm1 Loyoaviké oo
6-vopo&u-7-pebvro-1-[(2S,3R,4S,5S,6R)-3,4,5-1prwdpo&u-6-(vdpo&upedvro)o&av-2-vAo]o&v-
1,4a,5,6,7,7a-eEabdpokvkhoneviov[Clrupavo-4-kapBoEuiikd o0&y

HO
HG0 2 0H"

H ovocia 3 amopovmdnke og aypopo VITOAELLLO KO TOVTOTOMONKE KATOTY QUGILOTOGKOTIKNG

HeAéng Ko pe v ovykpion pe Pipaoypagikd dedopéva (Venditti et al., 2012).

‘Exer Ppebel ota €idn Gmelina philippensis, Physostegia virginiana var. virginiana, P.
virginiana var. speciosa ka1 Scutellaria albida L. subsp. albida wov aviikovv otnv owkoyévela
tov Lamiaceae (Jensen et al., 1989; Nass & Rimpler., 1996; Helfrich & Rimpler, 2000;
Gousiadou et al., 2007). 'Eyet Ppebei, emiong, ota €idn  Pedicularis kerneri kot P.
rostratocapitata (Orobanchaceae) (Venditti et al., 2016b; Venditti et al., 2016d). Xto yévog
Sideritis L. £ye1tavtomomBei otov S. montana subsp. montana otnv Kevrpun Itaiio (Venditti

et al., 2016a). ITapovcialel avtipreypovadn dpdon (Nan et al., 2016).
ATopovmveTol Yo TpdTh Qopd and tov S. cypria.

Amo 1o paopa *H-NMR mipaie Tic g TAnpopopicg:

- To okepvikd mpwtovio H-3 gppaviletonr og o ank kopven o€ on 7.27. H onuavtikn
amofmPAKIoN TOL TPMOTOVIOL AVTOV OEEIAETOL GTOV VITOKOTAGTATN NG OécEmC 4.

- To mpwtévio H-1 gppaviCetor oav pia duthn kopuen o€ ou 5.47 (J=3.9 Hz).

- To mpwtdvio H-7 gppavifetor oy o&uyovouévn neployn o€ ou 3.80 ¢ [a S1mAn kopuen
(J=5.9 Hz).

- Toa peborevikd mpotovio H-6a ko H-6b eppoaviCovron og pia moAlamin kopven to kabéva
o€ On 2.01 ko dn 1.90, avrictoya.

- Ta peboikd tpotovia g 0écewg 10 gppavifovtar o on 1.06 ©¢ pio dutAn Kopven Tov

ohokAnpdveL yia Tpio Tpotovia (J=7.4 Hz).
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11 pEcaio TEPLOYN TOL PACUATOG OlOKPIVETOL pio A kopve1| o€ on 4.64 (J=8.0 Hz), n

omoia avtiotoyel 6to avoueptkd mtpwtoévio H-1' g yAvkdonc.

And 10 paopo COSY dwmiotmbnke ot

- To avopepikd mpwtdvio g yAvkoong H-1' (Ou 4.64) ovlevyvuton e TO YEITOVIKO TOV
npwtovio H-2' (8u 3.20), to omoio culedyvutat, emiong, e 10 YeIroviko tov tpwtovio H-3' (on
3.35).

- To npwtdévio H-6'a (61 3.90) kot to tpwtdvio H-6'0 (du 3.65) ovledyvuvtan peta&d tovg.

- To mpwtdovio H-5 (01 3.04), culevyvutan pe ta yeirtovikd tov tpwtdvie. H-9 (8 2.58), H-6a
(01 2.01) xou H-6b (6n 1.90).

- To mpwtdvio H-9 (du 2.58) culedyvutar e to yeitoviko tov tpwtovio H-1 (8u 5.47).

- To mpwtovio H-8 (dn 2.10) cvlevyvutan pe ta pebviikd tpmtoévia CHz-10 (0n 1.06), kabmng
Ko pe to Tpwtovio H-9 (du 2.58).
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IMivokog 3: Pacpatockonikd dedopéva e ovoiog 3 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)

Aylvko

1 1 5.47 d(3.9)

3 1 7.27 S

5 1 3.04 m

6a 1 2.01 m

6b 1 1.90 m

7 1 3.80 d(5.9)

8 1 2.10 m

9 1 2.58 m

10 3 1.06 d (7.4)
IMwkoon

1 1 4.64 d (8.0)

2' 1 3.20 t(7.9)

3 1 3.35 *

4 1 * *

5 1 * *

6'a 1 3.90 dd (11.8, 1.9)

6'b 1 3.65 dd (11.8, 6.0)

*ErucaAvrtopeva onpota
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Ovoia 4: Ayrovykooiong
(1S,4aR,5R,7S,7aS)-7-(axetvAoév)-1,4a,5,6,7, 7a-e&aidpo-5-vdpo&v-7-

pebvikvkionevta(C)mvpavo-1-vA-B-D-yAvkomvpavosiong

HO
N 0O
HO™? 5
HO o ‘

3 “ OH'!

H ovcia 4 amopovddnke wg duopen ko6vig kar Tavtoromdnke pe t Pondeia pooudrov *H-
NMR ka1 COSY, kabm¢ ko pe T oOykpion pe Pproypaeikd dedopéva (Guiso et al., 1974;
Boros & Stermitz, 1990).

"Exel Bpebei ota €idn S. lycia, S. libanotica kou S. perfoliata subsp. perfoliata oto yévog Siderits
(Akcos et al., 1992; Charami et al., 2008), aALd kot o€ €i0M and yertovikad yévn 0mmg Stachys
kot Ajuga (Calis et al., 1992; Haznagy-Radnai et al., 2006; Frezza et al., 2017; Venditti et al.,

2017b). Eivaxr | tpdTn Qopd mov anmopovaveTol and tov S. cypria.

Amo 1o paopa *H-NMR mpapie Tic E1g TAnpoopicg:

- Xg dn 6.20 eppaviCetar To mpmTtovio H-3 m¢ po duthmg dumAn kopvoen (J=6.7, 2.2 Hz).

- Zg Ou 5.86 gupavileton to mpwtoévio H-1 ¢ pua gvpeia amir kopoen.

- Zg du 4.70 gpeaviCetan to mpwtoévio H-4 w¢ pio moAlamAn kopoen.

- Xg dn 4.03 gpopaviCetar To mpmTovVIo H-6 mg po duthn kopvoen (J=4.3 Hz).

- Xg dn 2.86 gpopaviCetat To mpmTtovio H-9 mg o duthn kopvoen (J=8.4 Hz).

- Xg dn 2.81 gpopaviCetar To mpmtovio H-5 g o duthn kopvoen (J=7.3 Hz).

- Xg dn 2.17 xon 2.08 gupaviCovrar ta pebvievikd mpwtovia H-7a (d, J=15.0 Hz) ka1 H-7b
(dd, J=15.0, 4.8 Hz), avtictoyya.

- Ze on 2.00 epoaviCovrot ta pebvikd tpwtdvio Tov axeTVAIOL TG BEcE®MS 8 TOV CKEAETOV
O¢ po aTAY] KOPLPT TOL OAOKANPAOVEL Y10 TPICt TPOTOVICL.

- Xe Ou 1.53 epgaviCoviar ta peBoiikd mpotéviee CHsz-10 ¢ pia amAdr Kopven mov
OAOKANPAOVEL Y10 TPiOL TPOTOVICL.

21 pecaia epoyn ToL PAGHATOC TapaTnpeital £va onjua o On4.64 w¢ pio SUTAY] KOpLEY| LLE
peyain otabepd ocvlevéng (J=8.1 Hz) mov avtictoyel oto avopepikd mpotovio H-1" pog

YAvkooNC.
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Am6 10 pdopa COSY emPefaidbnkay ot culevéels petasd Tmv yertovikmy tpmtoviov H-3/H-

4, H-7a/H-7b, kobmg ko to H-6/H-7b. Emuhéov, mapoatnpodvtar ot culevéelc peta&d tmv

YETOVIK®OV TPOTOVI®V TNG YAVKOOTG. XuyKeKpéva, To avaoueptkd tpotovio H-1' sulevyvoton

LE TO YEITOVIKO TOV TpmTOVio H-2' (81 3.23) ko to pebuievikd mpmtovia H-6'a (dn 3.88) kot

H-6'b (61 3.67) cvlevyvovtan peta&d Toug.

IMivoxkog 4: Pacpatockomikd dedouévo. g ovsiag 4 (CD;OD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnta (J, Hz)

Aylvko

1 1 5.86 brs

3 1 6.20 dd (6.7, 2.2)

4 1 4.70 m

5 1 2.81 d (8.3)

6 1 4.03 d (4.3)

7a 1 2.17 d (15.0)

7b 1 2.08 dd (15.0, 4.8)

9 1 2.8 d (8.4)

10 3 1.53 S
I'\vkoon

1 1 4.64 d(8.1)

2' 1 3.23 t(8.1)

3 1 * *

4 1 a *

5 1 2 *

6'a 1 3.88 *

6'b 1 3.67 *

*ErucaAvmtopeva onpota, *Emtcoldntetot and Ty Kopuer Tov dloAvTn
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I'2. AITEPIIEPNIA
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Ovoia 5: Awveapoin
Ovoia 6: X160An

Ovcia 5 Ovocia 6
O1 ovoieg 5 kat 6 omopovdOnKay ¢ piypo kot tawtorowdnkay pe ™ Pondsia pdoparog *H-
NMR, kabmg ko pe t ovykpion pe Ppioypapikd dedopéva (Monsalve et al., 2005; Carikgt
et al., 2012; Kilic et al., 2020).

Aviikovuv oty Katnyopio. tov ent-kaovpeviov kot €ovv amopovmbel amd apketd €ion
Sideritis, 6nwg S. lycia, S. perfoliata L. subsp. athoa, S. sipylea, S. congesta, S. niveotomentosa
kot S. brevidens (Topgu et al., 1999; Topgu et al., 2002; Logoglu et al., 2006; Topgu et al.,
2011; Carik¢1 et al., 2012; Kilic et al., 2020). AmopovdOnkav, eniong, amd tov S. cypria
(Hanoglu et al., 2019).

Ovgia 5

Amo 1o phopa *H-NMR Mednkav ta séqg ofjpata:

- Xg on 4.78 xon on 4.80 gupaviCovrot ta Prvvlikd npwtovia H-17a kot H-17b wg gvpeieg
OTAEG KOPLPEC.

- Xg 6n 4.02 ko o 3.97 eppaviCovron ta pebvievikd tpotovia H-18a ko H-18b, avtictorya,
¢ pia dutAn kopven to Kabéva (J=10.8 Hz). H amobwpdkion oavtdv tev tpmtoviov opeileTon
otV Vapén akeTvA0-opddag oL cuvoEeTal ot B¢on 18 Tov popiov. A&ilel va onueiwbet 6T
TO. GLYKEKPLLEVA TPMTOVIA €VOG ent-kaovpeviov okeletod eppavilovtar 6to €bpog on 2.95-
3.55 og pio oumAn kopven pe peydin otabepd cvlevéng 6tav dev vLdpyel akeTLAO ot B€om
18 (Cariker et al., 2012).

- Xg on 3.62 guoaviletor 1o Tpwtdvio H-7 ¢ pia moAlomAn kopuen.

- Xg on 3.52 gpopaviletror o mpwtovio H-3 ¢ o moAlomAn kopuen.

- Xg dn 2.66 gpoaviletor 1o mpwtdvio H-13 og pio moriaminy kopoen.

- Xg ou 2.09 gppavifovrotl To TpOTOHVIOL TG OKETLAO-OUAO0S MG LI OTAT) KOPLON.

- Xg ou 1.08 gpopavifovron o pebvikd mpotdvia g Bécemc 20 mg pa omAr Kopuen.
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- Xg du 0.74 gpopaviCovrot o pebvikd tpwtdvio e Bécews 19 g pia amd kKopven.

Ovoia 6:

An6 10 pdopa *H-NMR Mednkoy to e€7¢ onjpatas

- Xg 6n 4.90 gpoaviletor To Tpwtoévio H-3 og po duthmg dutdn kopven (J=11.3, 4.3 Hz). H
amoB®PAKICH TOV elval ELPAVIG O GYEOT] LE TNV OVGTA 5 AOY® TNG OKETLAO-OLASOS TTOV Eivat
ouvoedepévn ot Béon 3 tov popiov.

- Xe on 4.78 xon on 4.80 gupaviCovrat ta Prvoiikd npwtovie H-17a kot H-17b wg gvpeieg
OTAEG KOPLPEC.

- Xe on 3.62 gpopavifeton To Tpotdvio H-7 o¢ po ToAAamAn Kopoon.

- Xg 0n 3.30 kot Ou 2.97 gpoaviCovtor o Tpotovia H-18a kot H-18b, avtictorya, g o
A kopven 1o kabéva (J=12.0 Hz).

- Xe on 2.66 gpopavileton to Tpotdvio H-13 og pio moAhamir) kopoen.

- Xe on 2.05 eppavifoviot Ta TpOTOHVIO TNG AKETLAO-OUAONS MOC L0 OTTAT) KOPLON.

- Xe ou 0.74 eppaviCovion to peBviikd mpwtoévia g Bécewg 20 o¢ por omAn kopven. H
OVYKEKPIUEVT KOPLON OAOKANPOVEL Yiw 6 TP®TOVID, YEYOVOS TOL LG OONYNOE GTO
ovoumépacpo. 0Tt to. peBviia ¢ Béocewg 20 (ovoia 6) ko g Béoewc 19 (ovoia 5)
OAANAOETIKAAVTTTOVTOL.

- Xe ou 0.66 gupavifovion to pebvlkd mpotdévia g Béoemc 19 ¢ o anAn Kopve.
Yvykpivovtog TG 000 ovoieg, maportnpeitor 0Tl TO CLYKEKPWEVO HEBOAO givor o

Bwpakiopévo Aoy amovsiog Tov akeTvAiov TG Bécemg 18.
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IMivokog 5: @acpatockonikd dedopéva g ovoiog 5 (CDCls, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
3 1 3.52 m
7 1 3.62 m*
13 1 2.66 m
17a 1 4.78 brs
17b 1 4.80 brs
18a 1 4.02 d (10.8)
18b 1 3.97 d (10.8)
-COCH3 3 2.09 S
CHs-19 3 0.74 S
CHs-20 3 1.08 S

*Emcodvrtopevo onuoto

IMivoxkog 6: Pacpatockonikd dedopéva g ovoiog 6 (CDCls, 400 MHz)

Oéon H ou (ppm) Mo)hamrotnta (J, Hz)
3 1 4.90 dd (11.3, 4.3)
7 1 3.62 m*
13 1 2.66 m
17a 1 4.78 brs
17b 1 4.80 brs
18a 1 3.30 d (12.0)
18b 1 2.96 d (12.0)
-COCH3 3 2.06 S
CHs-19 3 0.66 S
CHs-20 3 0.74 S
*Emcolontopevo onpata
m
f H [
. | L
Mh J“"’ l\ivij{ ; / 1,
Al ,MM@W)L::;MMMW w A

déopo *H-NMR tov ovcidv 5 kar 6 (CDCls, 400 MHz)




Ovgcia 7: 3-akeTvAo-AevkavOorn

H ovoia 7 amopovddnke kot tavtomowdnke pe ™ Pordsto pacpdrov tH-NMR ko COSY,

Kabmg Kot pe T ovykpion pe Pproypapicd dedopéva (Cariker et al., 2007).

Yo yévog Sideritis £yet Bpebdei ota €16 S. biflora, S. crispata, S. granatensis subsp. nijarensis,
S. varoi kot S. leucantha var. Meridionalis (Rahman, 2011). Aropovaveral yio TpdTH POpa

amo tov S. cypria.

Amo 1o paopa *H-NMR Mednkay ta mapakdtom oo

- Xeon 5.21 epopaviCeron To frvoiikd mpwtdvio H-17a og po amdn Kopoon.

- Xg ou 5.09 gugaviCetor to Prvviikd tpwtovio H-17b g po amkn kopoen.

- Xg on 4.90 gpoaviCetar to TpwTovio H-3 ¢ pia dumhdg dmdn kopveny (J=11.7, 4.7 Hz),
EUQOVAOC amoB®POKIGUEVO AOY® TNG VTTOPENG OKETVAO-OUAOAG TOL GLVOEETAL 6T BEom 3 TOL
OKEAETOV TOL popiov.

- Xeon 4.11 eppaviCeron To Tpotdvio H-15 og pia amdn kopooen.

- X& 0nu 3.93 gupavileton to tpwtdvio H-7 w¢ pa oA kopovoen (J=3.1 Hz).

- X& 6n 3.30 ko o 2.97 eppaviCovron ta pebvievikd tpwtovia H-18a kou H-18b, avtictorya,
®¢ o, Sl kopven to kKabéva (J=12.2 Hz).

- Xe on 2.05 epupavifoviot Ta TPOTOHVIN TNG OKETLAO-OUASNS MG LI OTTAT] KOPLOT].

- Xeon 1.03 epupavifovron ta pebvikd tpmtovia g Bécewg 19.

- Xg dn0.65 gpoaviCovrat Ta pebvikd tpwtdvia s BEcemg 20.
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IMivoxkog 7: @oacpoatookonikd dedopéva g ovoiog 7 (CDCls, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
3 1 4.90 dd (11.7, 4.7)
7 1 3.93 t(3.1)
15 1 4.11 S
17a 1 5.21 S
17b 1 5.09 S
18a 1 3.30 d(12.2)
18b 1 2.97 d(12.2)
-COCHz3 3 2.05 S
CHs-19 3 1.03 S
CHs-20 3 0.65 S
]
mn
s
S . Wi
,«UMHWV \

A R,

déopo *H-NMR ¢ ovsiag 7 (CDCls, 400 MHz)




I'3. XTEPOAEX
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Ovoia 8: XTiypaotepoin
(3S,8S,10R,13R,14S)-17-((5S,E)-5-a10vA0-6-pebvrent-3-ev-2-v10)-10,13-uebvro-
2,3,4,7,8,9,10,11,12,13,14,15,16,17-tetpadekaddpo-1H-kvukhomevta[a]patvavOpev-3-0An

29

H ovcia 8 amopovodnke og dypmpo VTOAEWYLO KOL 1] TOVTOTOINGY TG £YIVE UE TNV ANym
poopdtov tH-NMR kot COSY ko pe v Borifsia Pifloypagikdv dedouévov (Forgo &
Kovér, 2004; Habib et al., 2007; Singh et al., 2015).

Amopovodnke yio Tpdt @opd o 1906 and to putd Calabar bohne (pacoiia kakourdp). o
vévoc Sideritis L. £xet Bpebei ota €idn S. euboea, S. montana subsp. montana, S. taurica kot S.
foetens (Navarro et al., 2001; Aboutabl et al., 2002; Emre et al., 2011; Tomou et al., 2020).
‘Exer peremBet yoo aviipAeypovmon, avii-o6TeoapipitiKn, KuTTopoTtoSikn, avTIoEEWmTIKY,
VTOYAVKOUIKY], ovTl-UETOAALOEOYOVO Kot ovTi-umepyoloteporayukn opdon (Kaur et al.,
2011).

Amo 1o paopa *H-NMR mipayie Tic 6Eq¢ TAnpopopieg:

- Zg du5.33 gpeaviletan o ohe@vikd mpwtdvio H-6 cav pio moAAamAr kopouen.

- Zg du 5.13 kot 0n 4.99 gpoavitovror Ta odlepvikd tpwtovia H-22 ko H-23, avtictoyo, wg
pio SImAMG duTA KopueN To KobEVaL.

- Zg ou 3.50 gpeaviCeton o H-3 wg pia moAAamAn kopoon.

- e On 2.30 ko du  2.24 gpoavifovror ta mpotoévie H-4a ko H-4B, avtictoyya, og pio
TOALUTTAY] KOPLOT| TO KOOEVQL.

- To peboid mpotoévio CHs-18 ko CH3-19 gpepaviCovtatl wg pio amin kopven to kabéva
o€ on 0.65 kot dn 0.98, avtictorya.

- Ta peBoid tpotoévia CHs-21, CH3-26 kor CH3-27 gpeavifovtat og [ S Kopuen 1o
kaBéva o 01 0.90, 0.86 kan 0.84, avticTorya.

- XZe on 0.80 gppaviCovror ta peboikd tpotoévia CHz-29 og o tpumdn kopuen.

Amd 10 paopo COSY mapotnpnnke ot

-To mpwtévio H-6 (61 5.33) culevyvuton pe 1o yerrovikd tov npwtdvio H-74 (61 1.93).

86



-To mpwtdvio H-22 (du 5.13) ovledyvutar pe to yerroviko tov mpmtovio H-23 (6u 4.99).

-To mpwtdvio H-22 (du 5.13) ovledyvutar pe to yerroviko tov mpmtovio H-20 (6u 2.00).

-To mpwtévio H-23 (du 4.99) culedyvutar pe to yerroviko tov tpwtovio H-24 (6u 1.49).

-To mpwtovio H-3 (31 3.50) ovledyvutan pe to H-2a (0n 1.79), H-2p (0u 1.46), H-4a (o1 2.30)
kot H-4B (8u 2.24).

-To mpwtdvio H-4a (51 2.30) culedvyvtar pe To YeIToviko Tov Tpwtovio H-4P (du 2.24).

-To mpwtévio H-1a (5u 1.82) culedyvutar pe 1o yertovikd tov tpmtovio H-1B (ou 1.07).

-To mpwtdvio H-15a (Ou 1.55) culedyvuton pe 1o yerrovikd tov tpwtovio H-156 (ou 1.06).
-To npwtdvio H-7a. (S 1.51) ovlevyvutar pe to yertoviko tov tpotovio H-7f (61 1.93).

-To npwtovio H-2a (du 1.79) culedyvuton pe to yerroviko tov mpwtovio H-2P (ou 1.47) o pe

70 Ye1ToviKo Tov mpmtovio H-1B (du 1.09).

IMivokog 8: Pacuatockomikd dedopéva g ovsiag 8 (CDCls, 400 MHz)

Oéon H ou (ppm) Mo)hamrotnta (J, Hz)
lo 1 1.82 *
1B 1 1.09 #
20, 1 1.79 *
2p 1 1.47 *
3 1 3.50 m
4o, 1 2.30 m
48 1 2.24 m
6 1 5.33 m
Ta. 1 151 m
7B 1 1.93 m
14 1 1.03 *
150 1 1.55 *
158 1 1.06 #
20 1 2.00 *
22 1 5.13 dd (15.1, 8.9)
23 1 4.99 dd (15.1, 8.9)
24 1 1.49 *
28 2 2.25 m
CHs-18 3 0.65 S
CHs-19 3 0.98 S
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CHs-21 3 0.90 d (6.3)
CH3-26 3 0.86 d (7.4)
CH3-27 3 0.84 d (5.9)
CH3-29 3 0.80 t (7.4)

*Enucolvmtopeva ofuorta, “Ili0avadc aviictpogo
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g

CHs19

H7b
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daopa *H-NMR ¢ ovsiag 8 (CDCls, 400 MHz)
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Ovcia 9: f-crtocTepdin
(3S,85,9S,10R,13R,14S)-17-((5R)-5-010vA0-6-pebvrentav-2-vio)-10,13-51uebvro-
2,3,4,7,8,9,10,11,12,13,14,15,16,17-tetpadekaddpo-1H-kvukhomevta[a]patvavOpev-3-0An

29
CH,

H ovoio 9 amopovdbnKe og dypmpo VoAt Kot Tavtorodnke 1e v Mym eacudtov *H-NMR

kaw COSY «xon pe ) Bordeia irproypagikdv dedopuévov (Nes et al., 1992).

H f-ortootepdin €xel amopovobel and didpopa €idn tov yévoug Sideritis L., omwg ta S.
euboea, S. brevidens, S. niveotormentosa, S. taurica, S. montana subsp. montana o S. foetens
(Navarro et al., 2001; Aboutabl et al., 2002; Carikgi et al., 2011; Emre et al., 2011; Tomou et
al., 2020). 'Eyxet pelenBel yoo v avtipetariaéloydévo g dpdon, v v Ogpameion Tov
KOPKIVOL TOV HaoToD, KaOMG Kot Yo TNV ¥pNon ¢ ¢ emovAmtiké o mAnyég (Moon et al.,

1999; Lim et al., 2005; Pradhan et al., 2018).

Amo 1o paopa TH-NMR AaBape ti¢ eERc TAnpogopisc:

- Xg dn 5.32 gpoaviletar 1o ole@viko mpmtovio H-6 mg o sty kopooen (J=5.4 Hz).

- Zg du 3.50 gpoaviCetan to mpwtoévio H-3 ¢ po moArlamAn kopoen.

- 2e 0n 0.65 ko on 0.98 gppaviCovron ta pebBovikd tpotdvia CHs-18 ko CH3-19, avtictoya,

™G U, aAr] KopueY| To Kabéva.

- Y& on 0.89 gupoaviCovton ta pebviikd tpmtovio CHz-21 w¢ o dutkn kopven (J=6.5 Hz).

- Zg 0on 0.81 kot dn 0.79 gpopaviCovrar ta pebvikd tpwtoévia CHs-26 kar CHs-27, avtictoyo,
O¢ o durAn Kopven to Kabéva (J=7.2 Hz ko J=7.1 Hz avtictoya).

- g 6u 0.80 gpeavifovton ta pebvikd tpwtovia CHz-29 wg o tputhny kopven (J=8.0 Hz).
And 10 paopo COSY mapatnpnOnke ot

- To mpwtdvio H-6 (81 5.32) culedyvutan pe to yeitoviko tov tpwtovio H-7 (du 1.98).

- To mpwtovio H-3 (81 3.50) cvledyvuton pe to yerrovikd tov tpwtovio H-4a (On 2.25).

g ovykpion pe t otypnaostepoAn (PA. ovsia 8) mapatnpeitan 6t ta peboiia otig Béceig 26
kot 27 mapovstalovy gpeovny Bwpdkion, yeyovog mov mbovd ogeileTor 6TV 0movGio TOV

dumhov deopol petald Tov Bécewv 22 kot 23 oty ovaia 9.
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H6

IMivokog 9: Pacpatockonikd dedopéva g ovoiog 9 (CDCls, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
3 1 3.50 m
4, 1 2.25 m
4B 1 - -

6 1 5.32 d(5.4)

Ta 1 - -

7B 1 1.98 *
CHs-21 3 0.89 d (6.5)
CHs-18 3 0.65 S
CHs-19 3 0.98 S
CHs-26 3 0.81 d(7.2)
CHs-27 3 0.79 d(7.1)
CHs-29 3 0.80 t (8.0)

*Emkolvntopeve onpoto
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Ovoia 10: Amyevivy

H ovoia 10 amopoviddnke mc AsVKh Gpopen KOVIC Kol TOVTOTOONKE HEG® QacudTov *H-

NMR ka1 COSY, kabmg kat pe tn ovykpion pe Pproypapikd dedopéva (da Silva et al., 2015).

Avikel oty katnyopia tov eAapovodv. Exet aropovmbei oamd moldd €161 tov yévoug Sideritis,
omwg S. albiflora, S. euboea, S. perfoliata, S. raeseri, S. scardica kot S. syriaca subsp. syriaca
(Janeska et al., 2007; Armata et al., 2008; Askun et al., 2009; Tomou et al., 2019; Jeremic et
al., 2019; Sarikurkcu et al., 2020).

H amyevivn kon ta mapdymyd g éxovv peletndel yio v avTloEEWMTIKN TOVG KAVOTNTOL.
Onwg avapépetat, vt evioydeTal amd TNV Tapovcio tov vopoEvAiov otn Béon 4' (Rice-Evans
et al., 1996; Armata et al., 2008). Yrdpyovv, enione, avapopéc yio Tnv KutoTo&IKn TOVg dpdion
(Kikuchi & Matsuda, 1996; Jeremic et al., 2019).

ATouovmveTol Yo TpdTh Qopd amd Tov S. cypria.

Amo 10 pdopo tH-NMR mapatmpifnke n dmapén evoc cvotiuotog vrokotdotaonc AA'BB!,
OTNV OPOUATIK TEPOYN TOL (AouaToc. AvTtd VITOONAGVEL TNV vroKatdotoon tov B

dakTtuMov otn Béon 4.

- Zg ou 7.85 gpoaviCovral ta tpwtovia H-2' ko H-6' o¢ pia dutin kopouen| pe peydin otabepd
ovlevéng (J=8.8 Hz, opfho- chlevén) mov oAokAnpdvet yuo 500 TPOTOHVIOL.

- XZeon 6.94 epoaviovrar ta tpotoévia H-3' kot H-5' @g pia dumdn kopven pe peydn otabepd
ovlevéng (J=8.8 Hz, opfho- 50levén) mov oAoKANPOVEL Y10 VO TPOTOVIAL.

- XZg 0n 6.60 gpopaviCeton 10 Tpotdévio H-3 og po amhny kopoon.

- Xe On 6.47 gpoaviCetan to mpmtovio H-8 mg pia ik kopuen pe pikpn otobepd oulevéng
(J=2.2 Hz, ueta- o0levén).

- Xe 0n 6.22 gpuoaviCetan to mpmtovio H-6 mg pia ik kopuen pe pikpn otobepd ouleuéng
(J=2.2 Hz, ueta- ovlevén).

Amd 10 pdopo COSY emiPefarmOnie 1 oOvdeon petald tov yerrovikov npotoviov H-2'/H-3'

KoL TOV YEITOVIK®OV TpoToviov H-5'/H-6'.
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IMivoxkoeg 10: doacpoatockonikd dedopéva g ovoiog 10 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
Aylvko
3 1 6.60 S
6 1 6.22 d(2.2)
8 1 6.47 d(2.2)
2'/6' 2 7.85 d (8.8)
35 2 6.94 d (8.8)
H2'/H6' H3'/HS' H3

T T T T T T T T T T T T T T T T
8.0 7.5 7.0 6.5

déope 'H-NMR ¢ ovoiag 10 (CD;OD, 400 MHz)
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Ovocia 11: Amyevivo-7-0-B-D-yAvkomvpavociong (Koopociong)

H ovoia 11 amopovabnke og dpopern KOV avorytov KITpvou yp®UOTOS KOl TOVTOTOWOnKe
pe ™ Pondeio poopdrov H-NMR kar COSY, kadbg kat pe ovykpion pe Piproypapucd
dedopéva (Zaabat et al., 2010; Hendra & Keller, 2017; Ouache et al., 2018).

‘Exet amopovmbei omd tov S. cypria Post (Hanoglu et al., 2019), aA\d kot oo dAlo €idm Tov
vévoug Sideritis, onmg S. euboea Heldr., S. raeseri Boiss & Heldr., S. scardica Griseb., S.
sipylea Boiss. ko S. syriaca L. (Gabrieli et al., 1990; Armata et al., 2008; Pljevljakusic et al.,
2011; Petreska et al., 2011a; Stanoeva et al., 2015; Tomou et al., 2019; Tsiftsoglou et al., 2019).

Amo 10 pdopo tH-NMR mapampidnke n dmapén evog svotiuorog vrokotdotaonc AA'BB',
OTNV OPOUATIKA TEPLOYN TOV QACHATOC. AVTO VTOONAGVEL TNV vrokotdotocn Tov B

daktuMov ot Béon 4.

- Zg on 7.88 gupavifovion ta tpwtovia H-2'/H-6' og pia dumAn Kopuen pe peyain otabepd
oVlevéng mTov oAOKANP®VEL Yo 000 Tp®TOVIa. (J=8.6 HZ, opfo-cHlevin).

- Zg on 6.90 gppavifovion ta tpwtovia H-3'/H-5" og pia dumAn Kopoen pe peyain otabepd
oVlevEng mTov oAOKANP®VEL Yo OVO TpTOvVIa (J=8.6 Hz, opho-cHlevin).

- Zg dn 6.83 guoaviCetar o mpwtovio H-8 wg pia oumdn kopoen pe pikpn otabepd oulevéng
(J=2.2 Hz, ueta-o0levén).

- XZe 0n 6.65 gpopaviCetan 1o tpotdvio H-3 og po amhny kopoen.

- XZe on 6.50 gpoaviCetan to mpmtovio H-6 mg pia dumhn kopuen pe pikpn otobepd oulevéng
(J=2.2 Hz, ueta-ovlevén).

[Mopatmpeitar 6ttt mpotovie H-6 wor H-8 tov dyivkov tunuatog sivor epoavag
amofwpokicpéva, e cuykplon pe v amtyevivn (ovsia 10), yeyovog mov dikaoAoyeiton and

TNV TOPOLGia ToL Gakydpov ot Béom 7.

And 10 pdopa COSY dwmotdbnkay ot culedéelg petald Tov yerrovik®v mpotoviov H-2'/H-

3' kot TV yerrovik®mv mpotoviov H-5'/H-6'.
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1 pecaio mepoyn Tov PacpoTog mapatnpeitan Eva onpa o du 5.07, 10 omoio vodekviEL

™V VapEN GOKYAPOV. ZVYKEKPEVA, ELPAVICETOL MG o SUTAN KOPLON UE HEYAAN oTabepd

o0levéng (J=7.4 Hz) mov avrtictoyyel 610 avouepikd Tp@TOVIo piag YAvkoons. Me t Pondeta

tov eacpatog COSY Bpébnke n ynmukn petatomon tov tpwtoviov H-2" (du 3.51), kabog

ovlevyvuta pe to avouepkd mtpotovio H-1". Eniong, 1o mpotdvio H-2" cvledyvoton pe 1o

yerrovikd Tov mpwtovio H-3" (8u 3.42), to onoio cvlevyvutan e to yerrovikd Tov mpmtovio H-

4" (0n 3.55). Ta pebvievikd mpmtovia g Bécewg 6" culevyvovion peta&h Tovg, eV TO

npwtovio H-6"a (6u 3.72) ocvledyvuta, emiong, pe 1o yertovikod tov tpwtovio H-5" (6u 3.57).

IMivokog 11: doacpoatockonikd dedopéva g ovoiog 11 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnta (J, Hz)
Aylvko

3 1 6.65 S

6 1 6.50 d(2.2)

8 1 6.83 d(2.2)
2'/6' 2 7.88 d (8.6)
3/5' 2 6.90 d (8.6)

I'\vkoon

1" 1 5.07 d (7.4)

2" 1 3.51 *

3" 1 3.42 t (9.5)

4" 1 3.55 *

5" 1 3.57 *

6"a 1 3.72 dd (12.1, 5.7)
6"b 1 3.94 dd (12.1, 1.9)

*Emkoivntopeva onpoto
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H3'/H5'
H8

HI"

déopo *H-NMR ¢ ovoiag 11 (CD;0D, 400 MHz)
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Ovoia 12: Amyevivo-7-0-[4""-O-(E-z-kovpopoiro)]-B-D-yAvukomopavosiong

H ovcia 12 amopovodnke o¢ auopern kovig KITPVoL YpOUATOS KOl TOVTOTOMONKE HECH
poopdtov *H-NMR, COSY, HSQC kat HMBC, kaddg kat pe T cbykpion pe Pipaoypoapikd,
deoopéva (Ezer et al., 1992; Venturella et al., 1995).

Amopovodnke yo tpdtn @opd and to eutd Salix alba kot mepeypdonke and tovg Karl et al.
(1976). 'Exel Bpebel oto yévog Sideritis og €idn 0mwe otov owtopun TAnBvoud tov S. cypria
(Hanoglu et al., 2019), S. perfoliata L. (Ezer et al., 1992; Petreska et al., 2011a), S. syriaca L.
(Venturella et al., 1995; Petreska et al., 2011a; Stanoeva et al., 2015), S. syriaca subsp. syriaca
(Plioukas et al., 2010), S. scardica Griseb. (Petreska et al., 2011a), kaOdb¢ ka1 otov S. raeseri
(Gabrieli et al., 1990; Petreska et al., 2011a).

Amo 1o pdopo tH-NMR mapatmpifnke n dmapén evoc cvotiuotog vrokotdotaonc AA'BB',
OTNV OPOUATIKA TEPLOYN TOV QACHATOS. AVLTO VTOONAGVEL TNV vrokotdotocn Tov B

daktuMov ot Béon 4.

- Zg on 7.90 gppavifovion ta tpwtovia H-2'/H-6' og pia dumAn Kopuen pe peyain otabepd
ovlevéng (J=8.8 Hz, opfo-cHlevén) mov oAokAnpmvel yio 600 TP®TOVIL.

- Zg on 6.94 gppavifovion ta tpotovia H-3'/H-5" og pia dumAn Kopoen pe peyain otabepd
ovlevéng (J=8.8 Hz, opfo-cHlevén) mov oAokAnpmvel yio 600 TPp®TOVIL.

- Zg du 6.86 guoaviCetar to mpwtovio H-8 wg pia oAy kopoen pe pikpn otabepd oulevéng
(J=1.9 Hz, uera-ovlevén).

- Xg 0n 6.68 gpopaviCetan 1o Tpotdévio H-3 og po aminy kopoen

- Xe 0n 6.54 gpoaviCetan to Tpmtovio H-6 mg pia durhn kopuen pe pikpn otobepd oulgvéng
(J=1.9 Hz, uera-cvlevén)

2V 0pOUATIKNY TEPOYN TOV PAGHOTOSC, MGTOGO, LIAPYOLY GNLOTO TOV VIOONADVOLV THV
Omopén evog oKOUO ApOUOTIKOD dakTuAiov kabdg, emiong, kot evog trans SumAoy deGHOV.
[Ipdxertan yuo pio kovpapobAo-opdda, 1 omoio. GLVOEETAL LE TO CAKYOPO TNS PAAPOVIG Kot

dtvel Ta &N oNoTa GTO PAGHOL:
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- Xedn 7.70 xou on 6.40 eppaviCoviot Ta oAepvikd tpwtdvio H-7" kot H-8", avrtictoya, wg
po dutAn kopuen to kabéva pe otabepd ovlevéng J=15.9 Hz, yapaxtnpiotikd tng Soung £vog
trans oumAov decpov.

- Zg on 7.50 gpoaviCoviar ta mpotovie H-2" ko H-6" g pia duthr] kopuen pe peydin
otabepd ovlevéng (J=8.8 Hz) mov ohokAnpmvet yia 600 TpOTOHVIOL.

- Zg on 6.82 gppaviCoviar ta mpmtovie H-3" kor H-5" g pia duthr] kopuen pe peydin

otabepd ovlevéng (J=8.8 Hz) mov ohokAnpmvet yio 000 TpOTOHVIQL.

> pecaio TePLoyn ToV EAGUATOS ELPAVILETOL TO AVOUEPIKO TPMOTOVIO HIOG YAVKOONG GE OH

5.17 o¢ pio dSurhn kopven pe peydin otabepd cvlevéng (J=8.9 Hz).

A7d 10 pdopa COSY dwmotdbnkay ot culedéelg petald Tov yerrovikmv tpotoviov H-2'/H-
3" xou H-5'/H-6' tov apopatikod 0akTtuAiov Tov GyAvKOL TUNHOTOS NG GAABOVNG, TV
yerovikov tpotoviov H-2"/H-3"" ko H-5"/H-6"" ¢ xovpapodro-opdadas, Kabhg kol Tov

yerovikov tpotoviov H-7"/H-8" tov trans sumlob 6ecpov.

Me m Ponbeia tov eacpoatoc COSY tavtomombOnkay, emiong, to TPOTOHVIO TNG YAVKOOTC.
YuyKeEKPIUEVOL:

- To avopepikd mpowtovio H-1" g yAvkoone (ou 5.17) ovledyvoton pe 1o YEITOVIKO TOL
npwtovio H-2" (ou 3.62).

- To mpwtovio H-2" ovledhyvoton pe to yerrovikd tov mpwtoévio H-3" (du 3.80), to omoio
ovlevyvutal pe to YEITovikO Tov TpmTovio H-4" (du 4.98). A&iler va onueiwbel n évrovn
anobwpdxion Tov mpmtoviov H-4" ce cuykpion pe tov amtyevivo-7-0O-yAvkoacion, Omov To
npwtovio H-4" eppaviCetar o du 3.55 (PA. ovsia 11). To yeyovog avtd divetl v mbovotnrta
0Tt M KovpapobAo-oudda ocvvdéetar ot B€omn 4" g YAvkOong, HeE OmOTEAECUA TNV
anobwpdxion tov Tpwtoviov H-4".

- Ta peBorevikd mpotoévie H-6"a kot H-6"b cvledyvovrtar peto&d tovg, kabmg kot pe to

yertovikd tovg Tpwtovio H-5" (6u 3.85).

Me m Ponbewr o0 @dacparog HSQC tavtomombnkav ot mpwtoviopévol GvBpakeg tov

oKEAETOV TOL popiov.

And 1o pacpo HMBC tavtomomOnkav ot tetaptotayeic dvBpakeg tov okeAetol Tov popiov
(BA. ITiv. 12). Eriong, AdPape o e€ng onpoto:

- Ta npotovia H-2'/H-6' divovv onuo dtactadpwong e tov avBpoka ce dc 165.5, o omolog
avtietoryel otov C-2 10v okedetov Tov popiov. To mpwtovio H-3 divel onpa dtuctavpmong e

tov GvBpaka ce 6c 121.8 mov avtictoyyel otov C-1'. To mpwtoévio H-8" tov trans dumiov
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deopov divel onpa daotadpwong pe tov dvBpaxa oe dc 125.6, mov avtiotoryel otov C-1" kot
10 TpwTovo H-7" divel onpa dtastavpmong pe tov kapPfovoiiko avBpaka ce dc 167.2 (C-9™).
- To avopepikd tpwtdvio H-1" e yAvkdong divel onpo dtactavpmaong pe tov dvipoka C-7
oV dyAvkov (6c 163.7) kat, €161, emPePfordveTar 1 GLVIEST] TOL GUKYAPOL GTO GKEAETO TOV
dyAvkov. Téhog, T0 Tpmtovio H-4" ¢ yAvkdong divel onua dwuctadpwong pe tov dvhpaka
oV kapPovouriov C-9", ondte emPBefardvetar 1 6HVIEST TG KOLLOPOLAO-0pddag ot Béon

4" tov cakydpov.
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IMivokog 12: docpoatockonikd dedopéva g ovoiog 12 (CDsOD, 400 MHz)

Ofon H oc (ppm) = Ou(ppm) MoAromiétnTa (J, Hz) HMBC
Aylvko
2 - 165.5 - - -
3 1 103.7 6.68 S C2, C4, C10, CT
4 - 182.7 - - -
6 1 100.8 6.54 d (1.9 C10
7 - 163.4 - - -
8 1 95.8 6.86 d (1.9 C9, C10
9 - 157.3 - - -
10 - 106.1 - - -
1 - 121.8 - - -
2'/6' 2 129.3 7.90 d (8.8) C2'/C6', C4', C2
3/5' 2 116.7 6.94 d (8.8) C3/C5', C1', Cc4'
4 - 161.5 - - -
I'\vkoon
1" 1 101.0 5.17 d (8.9) C7
2" 1 74.3 3.62 *
3" 1 75.7 3.80 * c4"
4" 1 71.6 4.98 * co™
5" 1 76.0 3.85 *
6"a 1 3.72 *
6"b 1 oL 3.68 *
Kovpapovro-opada
1" - 125.6 - - -
2"16" 2 131.0 7.50 d (8.8) cz2"/ce™, CT™, C4™
3"/5" 2 116.6 6.82 d (8.8) c1
4" - 160.0 - - -
™ 1 147.3 7.70 d (15.9) c2"/Cce™, C9™
8" 1 114.5 6.40 d (15.9) c1™, co™
g™ - 167.3 - - -

*EnucaAvntopeva onpato
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Ovoia 13: Amyevivo-7-0-[6""-O-(E-z-kovpapoiro)]-B-D-yAvkomvpavociong

H ovoia 13 amopovaddnke wg ko6VIG KITPIVOL ¥POUOTOC Kot TovTomomonke pe ™ Pondeia
poopdtov *H-NMR ko COSY, kaddg kar pe ™ cdykpion pe Piprioypagicd dedopéva (El-
Ansari et al, 1995; Chang et al., 2015).

Amopovobnke yioo Tpdt @opd and ta avbn tov eutov Clematis terniflora var. robusta
(Ranunculaceae) pe to cuvavoud g «tepvipropiviy (Aritomi, 1963). ‘Exet Bpebet, eniong, ot
16N Tov yévoug Marrubium (Lamiaceae) (Nawwar et al., 1989; Hennebelle et al., 2007), aAAd
Kot oto €idog S. syriaca tov yévoug Sideritis (Venturella et al., 1995). Extdc omd v
AVTIOEEIOMTIKT TNG OPAOT|, LEAETEG OVOPEPOLY OTL LTOPEL VOL £XEL VEVPOTPOGTATEVTIKT) OPAOT

Kot Kopdlompootatentikée 110tnteg (Cai et al., 2016; Feng et al., 2018; Quan et al., 2020)

Amo 10 pdopo tH-NMR mapatmpifnke n dmapén evoc svotiuotog vrokotdotaonc AA'BB',
OTNV OPOUATIKA TEPLOYN TOV QACHATOS. AVTO VTOONAGVEL TNV vrokotdotocn Tov B
daktuMov otn Béon 4.

- Zg on 7.80 gppavifovion ta tpwtovia H-2'/H-6" og pia dumAn Kopoen pe peyain otabepd
ovlevéng (J=8.9 Hz, 0pfo-cHlevén) mov oAokAnpmvel yio 600 TPOTOVI.

- Zg on 6.87 gppavifovian ta tpwtovia H-3'/H-5" og pia dumAn Kopoen pe peyain otabepd
ovlevéng (J=8.9 Hz, 0pfo-c0levén) mov olokAnpdvet yio 500 Tp®OTOVIAL.

- Xe ou 6.75 gpoaviCetan to mpmtovio H-8 mg pia ik kopven pe pikpn otobepd sulguéng
(J=2.0 Hz, ueta-ovlevén).

- XZe 0n 6.54 gpopaviCetan 10 tpotdévio H-3 og po amhny kopoen.

- Xe on 6.51 gpoaviCetan to Tpmtovio H-6 mg pia ik kopuen pe pikpn otobepd oulevéng
(J=2.0 Hz, ueta-ovlevén).

2V 0pOUATIKNY TEPOYN TOV PAGHOTOC, MGTOGO, LIAPYOLY GNLOTO TOV VITOONADVOLV THV

OmapEn evog akopo apopoTikod daktuAiov kabdg, emiong, kot evog trans durhod decuov.
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[Tpdxertan yio pio Koo papoHAO-0LLAdA, 1) 0010 GLVIEETAL GTO GAKYAPO TNG PAAPOVNG Kot divel
T0 €ENG ONLOTA GTO PAGHLL:

- Xedu 7.52 ko dn 6.27 gpoavilovrot ta ohepvikd tpmtovia H-7" kot H-8"' tov trans durion
deoU0V, avTioTol o, MG Ho dSuTAn Kopven To Kabéva pe otabepd ovlevéng J=16.0 Hz.

- Zg on 7.19 gppaviCoviar ta mpotovie H-2" kor H-6" g pia duthr] kopuen pe peydin
otabepd ovlevéng (J=8.4 Hz) mov ohokAnpmvet yia 600 TPOTOVIAL.

- Zg 0n 6.61 gppaviCovrar ta mpmtovie H-3" kow H-5" g pia duthr] kopuen pe peydin

otabepd ovlevéng (J=8.4 Hz) mov ohokAnpmvetl yia 600 TpOTOVIAL.

> peoaio mepLoyn Tov EAcHaTog epeavileTon To avopeptkd tpmtovio H-1" g yAvkoong e

ou 5.10.

A7d 10 pdopa COSY dwmotdbnkay ot culebéelg petald Tov yerrovikmv mpotoviov H-2'/H-
3" xou H-5'/H-6' tov apopatikod OaKTuAiov Tov GyAVKOL TUNHOTOS NG GAABOVNG, TV
yerovikov tpotoviov H-2"/H-3"" koaw H-5"/H-6"" ¢ xovpapodro-opdadas, Kabhg Kol Tov

yerrovik®v mpotoviov H-7"/H-8" tov trans sumAov decpov.

Amd 10 eacpo COSY mapoatmpnonke, emiong, 1 60levén peTabd TV peBLAEVIKGOV Tp®TOVIMY
G Bécemg 6" ¢ YAvkoomnc, ta omoia eppaviCovtor évtova amobmpakiocpuéva oe cOYKPIoT e
mv ovoio 12 (H-6"a: ou 4.64/ H-6"b: ou 4.29). Téhoc, t0 ovouepikd mpwtovio H-1"

ovledyvutan pe 1o yerrovikd tov pwtovio H-2" (8u 3.55).

103



IMivokog 13: doacpoatockonikd dedopéva g ovoiog 13 (CDsOD, 400 MHz)

i HorhomAoTnTO
0] H 0 m
gon u (ppm) (3, H2)
Avylvko
3 1 6.54 S
6 1 6.51 d (2.0)
8 1 6.75 d (2.0)
2'[6' 2 7.80 d (8.9)
35’ 2 6.87 d (8.9)
I'hukoon
1" 1 5.10 *
2" 1 3.55 *
3"
4" 3 3.67-3.50 *
5"
6"a 4.64 *
6"b 4.29 *
Kovpapovro-opada
2"/6™ 2 7.19 d (8.4)
3"/5" 2 6.61 d (8.4)
7 1 7.52 d (16.0)
8" 1 6.27 d (16.0)
*EmucaAvmtopeva onpoto
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Ovoia 14: Isockovtelhapgivo-7-0-[6"""-O-akeTvro-B-D-arlorvpavoosvro]-(1=>2)-p-D-

YAVKOTTLPAVOGiIONG

HOH,C &'
o

H ovoia 14 amopovdbnke g kitptvn KOVIG KoL 1] TOLTOTOINGT) TNG £YVE LE TNV ANYN QACUATOV
'H-NMR, COSY, HSQC xo1 HMBC, xafd¢ kot pe T ovykpion pe Pproypapucd dedopéva
(Lenherr & Mabry, 1987; Rodriguez-Lyon et al., 2000; Albach et al., 2003).

Amopovobnke yo Tpdt Qopd amd to gidog Stachys recta L. (Lenherr et al., 1984). Avikel
oy Katnyopia tov erafovidv kot £yl anopovmbel and apketd eidn Sideritis, onwg S.
caesarea H. Duman, Ayta¢ & Baser, S. perfoliata L. subsp. perfoliata, S. euboea Heldr., S.
hyssopifolia L., S. scardica Griseb., S. trojana Bornm., S. sipylea Boiss. (Rodriguez-Lyon et
al., 2000; Kirmizibekmez et al., 2012; Halfon et al., 2013; Todorova & Trendafilova, 2014;
Chysargyris et al., 2019; Tomou et al., 2019; Tsiftsoglou et al., 2019). H 1cockovteAlapeivn
Kol To TopAywyd TG Exovv peretnBel, Kupimg, Yo TV avTIoEE®TIKN KOl OVTIPAEYUOVAOOT)
dpAoT TOLG, EVM VTTAPYOLV AVOPOPES Y10 OVTIOIOPNTIKES 1010TNTES KO BLOAOYIKT Opdom EvovTl
avOponvov kuttapikov oepdv (Rios et al., 1992; Goniotaki et al., 2004; Giiveng et al., 2010;
Sarian et al., 2017).

[Ipéopato amopovobnke amd avtoevr mAnbvoud tov S. cypria and tovg Hanoglou et al.
(2019).

Am6 10 paopo tH-NMR mapatpnonke n vmapén evog cuotiuotog vrokatdotaong AA'BB,
OTNV OPOUATIK TEPOYN TOL QAGHATOS. AVTO LTOONAMDVEL TNV VLROKAtdoTtoon tov B
daktvuAiov ot Béom 4'. Ta tpwtdvia Tov B dakturiov divouv ta £€ng onpata:

- Zg ou 7.93 gppaviCovrar ta tpomtovia H-2'/ H-6' og o ok kopuen pe peydin otobepd
ovlevéng mov ohokAnpmvet Yo dVo tpwtdvia (J= 8.9 Hz, opho-cHlevén).

- Zg Ou 6.94 gpoaviCovrar ta tpomtovia H-3'/ H-5' og o ok kopuen pe peydin otabepd

oLlevéng mov ohokAnpmvet yo dVo Tpwtovia (J= 8.9 Hz, opho-cHlevén).
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2NV 0pOUOTIKY] TEPLOYN TOL PAcuaTog cuvtoviCovtat, emiong, ta tpwtovie H-6 ko H-3 cav
poL A Kopuen to Kabéva o€ o 6.79 kot O 6.65, avticToyya. e GVYKPLON UE TO TOPAYOYL
anmryevivng (BA. ovoieg 10-13), dev mopatnpeitor TNV APOUATIKY TEPLOYN KOPLPN IKPNG

ovlevéng mov va avtiotoyel oto H-8.

Amd 10 pdopa COSY emPefarddnke n cOlevén petadd tov yertovikav tpowtoviov H-2'/H-3',

KaOdG Kol TV YeETovIK®V mpotoviov H-5'/H-6'.

e on 1.98 eppavileTon po amAr] Kopuer ToLV OAOKANPOVEL Y10l TP TPMOTOVIO KOl OLVTIGTOLYEL

OTNV OKETLVAO-OUAOO.

> pecaio TEPOYN TOL EAGUATOS OOKPIVOVTOL GTIHOTO TOL VTOONADVOLV TNV TAPOLGia
cakydpov (du 5.07-0n 3.45). Me m Ponbea tov @dopotog COSY Ppédnkov ot ynuukég

LETOTOTICELS TOV TPOTOVIOV TOV COKYAP®V. ZVYKEKPIUEVOL:

- To avopepwd tpotovio H-1" (dn 4.94) g yAvkdong culedyvutat Le TO YEITOVIKO TPMOTOVIO
H-2" (6u 3.74). To mpwtdvio H-6"a (du 3.96) culevyvutar pe 1o didvpo mpotovio H-6"b (du
3.76).

- To avopepikd tpmtovio H-1" (6u 5.07) ™ adddong culedyvutar Le TO YEITOVIKO TPMTOVIO

H-2" (6u 3.46). To H-2"' culebyvutat, emiong, pe to yerrovikd npmtdvio H-3"' (du 4.12).

Ot otaBepég oulevéng petald TV S1d0 KOV TPOTOVIOV TV 600 GoKYAp®Y 001YOUV GTO
OLUTEPACUO. OTL TO OPYIKO ChKyopo eivar yAvkdon kot 1o TeMKO eivar aAroon. Ilo
OLYKEKPIEVQ, Yio TNV oAAooT, To H-2" gppaviletor o¢ pio OmAmg OmAn KopueY| U o
peyaan otabepd ovlevéng (J=7.8 Hz) pe 1o avopuepikd TpmTtovio Kot e (o ukpn otabepd
ovlevéng (J=2.7 Hz) pe 1o mpwtovio H-3"'. To mpwtdvio H-3"' eppavileton og tpumn Kopoen
pe pa pkpn otabepd ovlevéne (J=2.7 Hz), yeyovog mov 610popomolel EVKPIVMOG TO HOPLO TNG
aAroong and TV YALKOG, KAODS LVTOONADVEL OTL TO TPMOTOVIO aVTO PpicKeTan GE 1OMUEPIVY|

0éom oe avtiBeon pe ta yertovikd Tov, Tov Ppickovial oe agovikn B€om.

To mpwtdvio H-6"a (ou 4.33) cvledyvuton pe 1o H-6"b (3 4.24). H Béon tov aketvdiov 6to
Hoplo g oAlOoNG givar epeavig Aoy g anobwpdkiong tov tpotoviov H-6"a kot HE™b
og Ou > 4.0 ppm.

And 1o pdopo HSQC Bpébnkav ot ynuikés HeTaTomioES TOV TPOTOVIOUEVOVY 0vOpAK®OY TOV

oKeLETOV TOL poplov.
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And 10 edopo HMBC tavtomomOnkav ot tetaptotaysic dvOpakeg Tov OKEAETOV, EVD
Moednkav kot ot e£NG TANPOPOPIES:

- To avopepikd mpotovio H-1" g yAvkdong £dmaoe onpa dlooTanpmong Le Tov avOpaka o€
o 152.7 (C-7). Luvenmg, emPefarmdnke ot apykd odiyapo tov popiov givat n yAvkdon Kot
ovvdéetan 611 B€om 7 Tov dyAvkov.

- To avouepkd tpomtoévio H-1" g aAloong é6moe onpo dlooTopmong Le ToV avOpaKa og
on 83.7 (C-2") ¢ yAvkoonc. EmPePardbnke, £tot, 6TL 1 oOvdeon TV 600 cakydpwv ivol
1"->2"

- To mpwtovio H-6"b tg aAloong divel onpa dtactadpmoong pe tov avipaka o ou 171.6,
OV AVTIGTOLXEL 0TOV AvOpoaKa TG aKETLAO-OLAdNS, omdTe emPePaidbnie kot n vapén Tov

OKETVAIOV GTO HOPLO TNG OAAOCT|G.
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IMivokog 14: docpotockonikd dedopéva g ovoiog 14 (CDsOD, 400 MHz)

Ofon H  &c(ppm) &u(ppm) IMorhamiotnra (J, Hz) HMBC
Aylvko
2 - 165.3 - - -
3 1 103.4 6.65 S C-2, C4, C-10, C-1'
4 - 183.2 - - -
5 - 150.5 - - -
6 1 1014 6.79 S C-5, C-7,C-8, C-9, C-10
7 - 152.7 - - -
8 - 128.3 - - -
9 - 144.2 - - -
10 - 106.3 - - -
1 - 121.8 - - -
26 21296 7.93 d (8.9) C-2,C-2, C-6, C-4
35 2 1167 6.94 d (8.9) C-3, C-5, C-1', C-4
4 - 161.5 - - -
I'\vkoon
1" 1 102.6 4.94 d(7.4) C-7
2" 1 83.7 3.74 * c-1", C-3"
3" 1 76.5 * * -
4" 1 * * * _
X 1 * * * _
6"a 1 3.96 * -
6"b 1 - 3.76 * -
Alhbon
1 1 103.9 5.07 d(7.8) Cc-2"
2" 1 72.8 3.46 dd (7.8/2.7) -
3™ 1 72.4 4,12 t (2.6) -
4 1 * * * _
5™ 1 73.1 4.04 m -
6"a 1 65.0 4.33 dd (11.8/2.0) -
6"b 1 4.24 dd (11.8/5.2) CH3COO
CH3COO- 3 20.6 1.98 S CH3COO
CH3COO- - 171.6 - - -

*EnucaAvntopEva GILLOToL
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®aopa HSQC g ovoiog 14 (CD3OD, 400 MHz)
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Ovocia 15: 4'-0-pedvro-t6oc6K0VTEALAPEIVO-7-O-[6"""-O-0KeTVLO-f-D-0AloTVPAVOGVAO-

(1—-2)-B-D-yrAvkomvpavociong

H ovcia 15 amopovddnke ¢ dpopen kitpwn kovig Kat tantonow|dnke pécm eacudtov *H-

NMR ko COSY, kabd¢ ko pe cvykpion pe PipAtoypapikd dedouévo (Nugroho et al., 2018).

Avikel oy katnyopio tov eAafovodv kot Exel Bpebei og d1apopa €idn tov yévoug Sideritis
L., 6nwg S. germanicopolitana Bornm. (Kirmizibekmez et al., 2019), S, syriaca L. subsp.
syriaca (Armata et al., 2008), S. perfoliata L. subsp. perfoliata, (Charami et al., 2008;
Chrysargyris et al., 2019), S. raeseri Boiss. & Heldr. (Gabrieli et al., 2005), S. euboea Heldr.
(Tomou et al., 2019), S. sipylea Boiss. (Tsiftsoglou et al., 2019). ‘Exet avoeepbei o€ peréteg
v v ovtoéedmtikn tng 1610t ta (Gabrieli et al., 2005).

Amo 1o pdopo tH-NMR mapatmpifnke n dmapén evoc cvotiuotog vrokotdotaonc AA'BB',
OTNV OPOUATIKA TEPLOYN TOV QACHATOS. AVLTO VTOONAGVEL TNV vrokotdotocn Tov B
daktuoMov ot Béon 4'. Ta Tpwtdvia Tov B daktvAiov divovv ta e€ng onpata:

- Zg on 7.95 gppavifovion ta tpotovia H-2'/H-6' og pia dumAn Kopoen pe peyain otabepd
oVlevéng mov oAoKANP®VEL Yo 000 TpmTovia. (J=8.8 Hz, opfho- chlevén).

- Zg on 6.96 gppavifovion ta tpwtovia H-3'/H-5" og pia dutAn Kopoen pe peyain otabepd
oVlevEng mTov oAOKANP®VEL Yia OVO TpwTovia (J=8.8 Hz, opho- chlevén).

- H 0éon 4' Tov B daktuAiov givon vrokateotnuévn pe pio -OCHs opdda, ta mpotovia g

omoiag gppavifovror o€ on 3.89 wg pio amAr] KOPLEY| TOV OAOKANPAOVEL Y10l TPiCt TPOTOVIL.

2TV ApOUOTIKY TEPLOYN TOL PAGHOTOG evtomiCovtal, emiong, To tpwtdvie H-3 kot H-6 o€ dn

6.67 xou on 6.80, avtictorya, g pio amAn Kopven To kabéva.

e On 1.98 gpopaviCetot pio amAn Kopue Tov OAOKANPAOVEL Yo TPict TPOTOVIO KOt AVTIGTOLYEL

OTNV OKETLAO-OULASAL.

Amd 10 pdopa COSY emPePforddnikav ot cvledéelg HETAED TV YETOVIKOV TPp®TOVIOV TOGO

TOL AYAVKOV OGO KOl TV GAKYAPpV.
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IMivoxkog 15: dacuatockomikd dedopéva. g ovoiag 15 (CDsOD, 400 MHz)

Oéonm H oH (ppm) Mo)hamrotnTa ( J,Hz)
Aylvko
3 1 6.67 S
6 1 6.80 S
2',6' 2 7.95 d (8.8)
3,5 2 6.96 d (8.8)
OCH3 3 3.89 S
IMwkoon
1" 1 4.95 d(7.4)
2"-5" 4 3.76-3.55 *
6"a 1 3.95 *
6"b 1 3.76 *
AlLoon
1™ 1 5.08 d(8.2)
2"-5" 4 4.04-3.46 *
6™a 1 4.33 *
6™b 1 4.25 *
CH3COO- 3 1.98 S

*EmucaAvmtopeva onpota

OCH: \ CH)COO

P VLA I

L
LN

T T T T
# § 4 2 [ppm] ; oy

déopa *H-NMR ¢ ovsiag 15 (CDsOD, 400 MHz)  ®doua COSY g ovsiog 15 (CD;0OD, 400 MHz)
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Ovoia 16: Isookovtelhapsivo-7-0-[6"""-O-akeTvro-B-D-0rhomvpavosviro-(1-22)]-6"-O-

0KETVAO-B-D-yAvKoTOPAVOGioNG

=
AcOH,C

H ovcia 16 amopovddnke mg kovig Kitpvov xpduoTtog Kot TanTonowdnke pécw gooudtov *H-

NMR kot COSY, kabmg ka1 pe ™ ovykpion pe Pproypapikd dedouéva (Halfon et al., 2013).

"Exet amopovmbei oo to €iom S. caesarea (Halfon et al., 2013) ko S. stricta (Sahin et al., 2006).
Emiong, oto mioiclo HETAMTUYIOK®OV OUWMAMUOTIKOV EPYACIOV OTO EPYOCTNPLO  LOG,
amopovadnke amod €idn Tov yeirtovikov yévoug Stachys L, omwg Stachys iva Griseb. (IMprrodc,
2019) ka1 Stachys candida Bory & Chaub. (Myaniidov, 2018). Avagépetar yio TpdTn popd

otov S. cypria Post.

Amo 1o pdopo tH-NMR mapatmprifnke n dmapén evoc svotiuotog vrokotdotaonc AA'BB',
OTNV OPOUATIKA TEPLOYN TOV QACHATOC. AVTO VTOONAGVEL TNV vrokotdotocn Tov B
daktuoMov ot Béon 4'. Ta Tpwtdvia Tov B daktvAiov divovv ta e€ng onpata:

- e on 7.93 gpopaviCovron ta tpotovia H-2'/ H-6' g por St kopoen pte peydin otabepd
oVlevEng mTov oAOKANP®VEL Yio 000 TpmTOvia (J= 8.2 Hz, opBo- 60levén).

- e on 6.86 gppaviCovror ta tpotovia H-3'/ H-5' og por St kopoen e peydin otabepd
oVlevEng mTov OAOKANP®VEL Yio 000 TpmTovia (J= 8.2 Hz, opbo- cvlevén).

2NV 0pOUOTIKY TEPLOYN TOV PAcuaTo¢ cuvtoviCovTat, emiong, Ta tpwtovia H-6 ko H-3 cov

po oA kopuen| to kabéva o€ On 6.77 ko ou 6.60, avtictorya.

And 10 pdopa COSY emPeforddnkav ot culeHielg HETAED TOV YETOVIKOV TPOTOVIMV TOV

dryAvkov, KaBdg Kot Tv dV0 Hopiwv GaKyapoV.

e On 1.98 kot 81 2.06 gppaviCovtar 500 amiéc KOPLPES TOL OAOKANPOVOLV Yia Tpia TPMTOVIA
N xofepio Kot avTIGTOYOUV GTIG OKETVAO-OLADES TOV GLVOEOVTAL GTA LOPLLL TOV GOKYAP®V,
yYEYOVOS mov 0dNnYel o€ €viovn amobwpdkion tov puebvievikdv tpwtoviov otig Bécelg 6 TV
V0 GakyApmV. Xvykekpléva, og du 4.33 kar On 4.24 gpeaviCovton ta tpotovie H-6"a ko H-
6"'b g aAoong, avtictorya. Ta TpoToOvVIa TG Bécewe 6" T YAvKOoNC epeavilovtol o€ du

4.46 kou O 4.30 (H-6"a ko H-6"b avtictoya).
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IMivoxkog 16: dacuatockomikd dedopéva, g ovoiag 16 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamroTnTO
Aylvko
3 1 6.60 S
6 1 6.77 S
2', 6 2 7.93 d (8.2
3,5 2 6.86 d(8.2)
IMwkoon
1" 1 4.95 d(7.7)
2" 1 3.75 *
3"-5" 3 3.45-3.73 *
6"a 1 4.46 dd (12.1/2.2)
6"b 1 4.30 *
CH3COO- 3 2.06 S
AALOom
1" 1 5.09 d(8.1)
2" 1 3.50 *
3" 1 * *
4™ 1 3.64 dd (9.9/2.9)
oM 1 * *
6"'a 1 4.33 dd (12.1/1.8)
6"b 1 4.24 dd (12.1/5.2)
CH3COO- 3 1.98 S
*Emkolvntopeve onpota
: 7 : : I ; o E" 0 ; ‘. L

daopo *H-NMR ¢ ovoiag 16 (CD;OD, 400 MHz) ®dopa COSY g ovoiog 16 (CDsOD, 400 MHz)
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Ovocia 17: 4'-0-pedvro-vmolaetivo-7-0-[6"""-akeTvro-f-D-airlorvpavocviro-(1—2)]-p-D-

YAVKOTTLPAVOGiIONG

7
AcOH,C

H ovoia 17 amopovadnke og kitpwvn koévig kot tavtomomdnke pe m Pondeio pdoporog *H-
NMR, COSY «kat HSQC, kafnh¢ kot pe ovykpion pe Pproypapicd dedouéva (Halfon et al.,
2013).

Avikel oty Katnyopio tov eAlafovov Kot €xel amopovobel amd moAAG €0n TOL YEVOLG
Sideritis, 6mwc S. euboea (Tomou et al., 2019), S. scardica (Todorova & Trendafilova, 2014),
S. syriaca (Goulas et al., 2014), S. raeseri (Romanucci et al., 2017), S. perfoliata subsp.
perfoliata (Chrysargyris et al., 2019), S. caesarea (Halfon et al., 2013). 'Eyet peletn0ei yio tnv
AVTIOEEWMTIKN TNG dpdiomn kal yuo Opaon évavtt g ooteomopwong (Gabrielli et al., 2005;
Dontas et al., 2011; Mencovic et al., 2013). Avagépetal, paiota, 6tt 1 VIapPEN VEPo&vAiov
ot 0éon 3' tov B daktvAiov (tOmov kotexOANc) ov&hver T dpACTIKOTNTA £VOVTL TOV

erevBépav pillov (Sarian et al., 2017).

Amo 10 pdopa tH-NMR Swamotddnke n drapén evog ABX svotiuorog tov B Saktvliov, mov
vrodnAmvel vrokataotaon otig 0éoeig 3' ko 4' otov B doktolo. Ta mpotdévie tov B
dakTLAMOL dtvouv Ta €€ CUOTOL TNV APMUATIKT TEPLOYN TOV PAGUATOG:

- Zg on 7.58 epeaviCetror to mpotdvio H-6' o¢ pio SumAdg ourhn kopuen pe otabepd ovlevéng
J=8.6/2.3 Hz (0pOo- xon ueta- o0evén).

- Xe on 7.47 epoaviCeton 1o tpwtdvio H-2' og pia durAn kopven pe pkpn otabepd o0levéng
(J=2.3 Hz, ueta-ovlevén).

- XZedu 7.09 gpoaviletar to mpotovio H-5' og pia duthn kopven pe peydin otobepd o0levéng
(J=8.6 Hz, opfo-cvlevén).

- H 6éon 4' tov B dakrtvAiov givar vrokateotnuévn pe pio -OCHs opdda, to mpoTovia g

omoiag gppavifovtotl o€ on 3.95 ®¢ pio amAr] KOPLEY| TOV OAOKANPAOVEL Y10 TPiCt TPOTOVICL.

2TV apOUOTIKY TEPLOYN TOL PAGHOTOG evtomilovtal, emiong, To tpwtdvio H-3 kot H-6 c¢ dn

6.63 xo On 6.78, avtictorya, g pio amAn Kopven To Kabéva.
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And to pdopa COSY emPePormdniav ot cuvdéoels petald tv yertovikmv tpwtoviov H-2'/H-

3' ko H-5'/H-6".

21 pecaio mEPLOYN TOV QACUOTOS JLOKPIVOVTOL GHLOTO TOV VITOONADVOLYV TNV TOPOVGCi
COKYAPOV Kal, GLYKEKPILEVE, OV0 SITAEG KOpLPEg o€ On 5.07 (J=7.9 Hz) ot on 4.94 (J=7.4
Hz) mov avtiotoyoldv 6To aVOUEPIKA TPOTOVIL U0G AAAOGTG KOl [LOG YAVKOGNG.

e [Avkoon:
To mpwtévio H-2" tov caxydpov gpeaviCetor oe on 3.73 o¢ (o TputAn Kopuen| e HEYAAn
otafepd ovlevéng (J=7.4 Hz).

e Aloon:
To mpwtdvio H-2" tov cakydpov eppaviCetor og du 3.47 wg o Suthdg duthn kopven (J=7.9,
2.9 Hz), to mpwtoévio H-3" eppaviletor og on 4.12 o¢ puo tpumAn] Kopuen Ue pkpn otabepd
o0levéng (J=2.9 Hz) ko1 10 mpwtoévio H-4" gpopaviletar o du 3.66 o¢ pio SIMAGDG SUTAn
kopven (J=10.1, 2.9 Hz). Exniong, 10 tpmtdvio H-5" eppaviletar o€ on 4.03 g pio moAomAn
Kopven. e on 4.33 kat on 4.25 epgavifovtan ta tpwtovia H-6"a xar H-6™b, avtictoyya, tng
aAAdoNG, eppavog arobmpakiocpévo (0<4.0 ppm) Ady® TG TOPOLGING AKETVAO-OUAONS OTN
0éon 6" tov cakydpov. Ta TpwtoéHVIa Tov axketvAiov eueaviCovtarl e on 2.00 wg pia amAn
KOPLON OV OAOKANPOVEL Y10 Tpia TpwTOVIA. ATd 0 dopa COSY emPeformOnkav kot ot

OLVOEGELS LETAED TOV YEITOVIKOV TPMOTOVI®MY TOL GOKYAPOL.
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IMivoxkog 17: dacuatockomikd dedopéva, g ovoiag 17 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
Aylvko
3 1 6.63 S
6 1 6.78 S
2' 1 7.47 d(2.3)
5 1 7.09 d (8.6)
6' 1 7.58 dd (8.6, 2.3)
-OCHs 3 3.95 S
IMwkoon
1" 1 4.94 d(7.4)
2" 1 3.73 t (7.4)
3"-5" 3 3.70-3.48 *
6"a 1 * *
6"b 1 3.78 dd (11.7, 4.6)
AlLoon
1" 1 5.07 d (7.9
2" 1 3.47 dd (7.9, 2.9)
3™ 1 4.12 t(2.9)
4™ 1 3.66 dd (10.1, 2.9)
5™ 1 4.03 m
6™a 1 4.33 dd (12.2, 2.1)
6™b 1 4.25 dd (12.1, 5.1)
CH3COO- 3 2.00 S

*EmrucaAvmtopeva onpota

| |
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Sl IV s b A L 1 T
®éopa *H-NMR ¢ ovsiag 17 (CDsOD, 400 MHz) ®aopo COSY ovoiag 17 (CD3OD, 400 MHz)
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I'5. DPAINYAAIGANOEIAEIZ TAYKOZXZIAEZ
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Ovoia 18: Akteooiong, fepunackociong
2-(3,4-3wdpo&veaivuro)atdvro-O-a-L-papvorvpavocvro-(1—3") - (4'-O-E-kageotro)-p-D-

YAVKOTTLPAVOGIONG

H ovoia 18 amopovmdnke og dpopen kitpvn KOVIG Kol 1] TOVTOTOIMGN TS TPOYUATOTOMO1KE
péom poaopdrov TH-NMR ko COSY, kadbg ko pe ) cvykpion pe Prpioypagikd dedopéva,
(Kawada et al., 1999; Wu et al., 2004; Lopez-Rodriguez et al., 2019).

AvapépOnke yio mpdTH Popa ¢ «Pepumackociong and tovg Scarpati et al. to 1963 petd amod
amopovoon amd to eutod Verbascum sinuatum, evd 1 ovopooio «akteosiongy 600nke tekd
a6 tovg Birkofer et al. to 1968, 61ov TOPOLGIAGTNKE KOL 1] OLOKAT|POUEVT] YNUIKT SOUT| TOV
nopiov (Scarpati & Monache, 1963; Birkofer et al., 1968; Kawada et al., 1999). ITap’ 6La avtd,
ot Andary et al. (1982), mov amoudvmcov v ovoio amd to eutd Orobanche rapum-genistae
(Orobanchaceae), avaeépovv mw¢ o opHn v ovopacio «Pepurackociong» kot eptypapovv
TANPOC TN MUK Tov dour. ‘Exel amopovwbei amd apketd £idn tov yévoug Sideritis L., 6nmg
S. perfoliata L. (Ezer et al., 1992), S. lysia Boiss et. Heldr. (Akcos et al., 1999), S. stricta Boiss
& Heldr. (Sahin et al., 2006), S. perfoliata L. subsp. perfoliata (Charami et al., 2008;
Chrysargyris et al., 2019), S. scardica Griseb. (Todorova & Trendafilova, 2014; Chalatsa et
al., 2018), S. raeseri Boiss et. Heldr. (Petreska et al., 2011a), S. trojana (Kirmizibekmez et al.,
2012), S. euboea Heldr. (Tomou et al., 2019), S. germanicopolitana (Kirmizibekmez et al.,
2019), S. sipylea Boiss. (Tsiftsoglou et al., 2019). IIpécpata, anopovddnke kot and tov S.
cypria and Tovg Hanoglu et al. (2019).

H Biprioypagio avapépel avimeptaciky, aviloEE0MTIKT, AVIYKPOPLOKY|, AVTIPAEYLOVAOON
dpaon g ovoiog (Ahmad et al., 1995; Kirmizibekmez et al., 2012; Chen et al., 2012; Alipieva
et al., 2014), wot660 TpoOGEaTES pEAETES Voot pilovy kat mbavn dpdon Katd Tov dapr,
™G vooov Alzheimer kot g nayvoapkiog (Cui et al., 2018, Adem et al., 2019). Avapépetan,
emiong, 0Tt umopel va ELPOVICEL KUTOTPOGTATEVTIKY| OPAGT] TOV OPEILETOL GTNV AVTIOEEWOMTIKY|
™G W1OTTa 0ALG Ko 6T pOOIGT TOV EVO0YEVOVY cuothudtev amotoéivoong (Sgarbossa et
al., 2012).
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To géopa H-NMR @avepdvetl v vmapén §00 apopotikdv cvotqudtov ABX oto puopio,
evog KapeTKoL 0£E0¢ Kat evHg 3,4-0dpo&ueatvurioaifuio-Tpupotog (dyAvko), kabhg kat tTnv

TOPOVGIN GAKYAPOV GTN LECAIN TEPLOYN TOV PAGLOTOG.

» Koopeobro-oudda

Ta mpotévie avtod Tov TUNUOTOS gpgaviCovtar o younid medio oto @dopa. Ilo
GUYKEKPLUEVAL:

- Ta orepvikd mpmtovia H-7" kow H-8"' gpoaviovior g 0Vo SmAég Kopupéc o€ on 7.59
(J=15.9 Hz) ka1 o€ on 6.27 (J=15.9 Hz), avtictorya, yopoKTnploTikd ¢ doung evog trans
SuTAoV decUOD.

- To npwtdvio H-2" eppaviletar og po duthn kopven o€ on 7.05 (J=2.0 Hz).

- To mpwtdvio H-6" gppaviletor og puo Simhdg duthn kopven o€ ou 6.96 (J=8.1, 2.0 Hz).

- To mpwtdvio H-5" gppaviletor og puo Stk kopven| og du 6.77 (J=8.1 Hz).

Amd 10 pdopo COSY emPefordveton n 60levén tov mpmtoviov H-5" (x 6.77) pe to yerrovikd
oV TPp®TOVIo H-6" (61 6.97) kot n o0levén tov wpwtoviov H-7" (du 7.59) pe 10 yerrovikd

T0V TpwToVIo H-8" (31 6.27).

>  ®owvvioofulo-ouddo

Ta TpoTovIo avTod TOV TUHATOG divouYy CUATH GE o LYNAGL edia am’ OTL 1| KaPeOVAO-
opdoa.

- Xg ou 6.69 gpopaviletar to TpwTovio H-2 mg pa duthny kopven (J=2.0 Hz).

- Xg om 6.67 gpoaviletar to TpoTovio H-5 g pa duthn kopven (J=8.0 Hz).

- Xg du 6.56 gpopaviletar to TpwTovio H-6 o¢ pia durhmg durdr kopven (J=8.0, 2.0 Hz).

- g On 4.05 ka1 og on 3.72 gpeaviCovtarl to pebvievikd tpotovie H-8a ko H-8B w¢ pa
TOALUTTAY] KOPLOY| TO KOOEVAL.

- Zg on 2.80 gpopavitovtar ta pebuievikd tpotdvio H-7o/H-7f ¢ o tputhyy kopuer mov
ohokANpdVeEL yia Tpio TpoToVIa (J= 6.7 Hz).

And 10 pdopa COSY emPepardveror n o0levén tov mpwtoviov H-5 (0u 6.67) pe 10 yerrovikd
10V TPpwTOVIo H-6 (31 6.56), kabnhg kot o1 culevéelg Twv npwtoviov H-7a/H-7b (31 2.80) pe
T0. YEITOVIKG ToVg Tptovia, H-8a (6u 4.05) ko H-8b (o1 3.72).

»  Zdxyapa
Ye dn.4.37 (d, J=7.8 Hz) a1 61 5.19 (d, J=1.5 Hz) cvvrovifovtot o avopepicd tpotovio H-1'
kot H-1" tng yAvkdong kot g popvoons, avtictorya. H amoBwpdkion tov avopepucon
npwtoviov g papvoong H-1" divel tnv mBoavotnta 6T 1 60vIEST HETAED TV dVO CAKYAPOV
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eivor 1"2>3". Xt pecoio mepoyn tov eAcpaTog gu@oviovol To VITOAOUTH CHLUTH TOV
TPOTOVIOV TOV GOKYAP®V.
- T'Avkdon:

And 10 pdopa COSY emPefaidOnkav ot culedéelg peta&d Tov OVOUEPIKOD TPOTOVIOL TNG
yAvkdong H-1' (du 4.37) pe 1o yerrovikd tov tpwtovio H-2' (6u 3.37), Tov mpwtoviov H-2' pe
10 yertovikd mpwtdvio H-3' (81 3.81), Tov mpwroviov H-3' pe 10 yertovikd npwtdvio H-4' (ou
4.92), xaBd¢ ko Tov mpotoviov H-4' pe 1o yerrovikov tov npwtdvio H-5' (6u 3.53). A&ilet va
onuewbet 6t 10 mpwtoévio H-4' e yAvkdong mapovsialel Eviovn amoBmpdakion Adym g
oVVIESNC TNG KapeoDA0-opddag otn B6om avtr). To mpwtdvio H-5' culedyvouton pe to mpmtovio
H-6'b o€ 61 3.62, evd to tpwtdvio H-6'a Bpébnke oe ynukn petoatonion ou 3.57.

A&ilerva onuewmBel 6ti to peBurévio g Bécemg 6' TG YALKOONG Eival S10yVOGTIKTG GNUOGTOG
v ToVg avviabavoedeig yavkooidec. Otav ta mpwtovia epeaviCovtal o€ on < 4.00, 1o1¢
ovumepaivovpe 0tTL M B€on 6 ™G YAvkdong etvar eAevBepn, Onwg cupPaivel TN GLYKEKPILEVT

nepinToon.

- Pouvoon:
Amo 1o pdopo COSY emBePoarddnkav o1 cvledéelc petalh Tov avoUePIKOV TPO®TOVION NG
papvoong H-1" (6u 5.19) pe to yerroviko tov mpwtovio H-2" (6x 3.91), Tov mpwrtoviov H-2" pe
10 yerroviko mpwtovio H-3" (0n 3.59), Tov mpwtoviov H-3" pe 10 yerrovikd nmpwtdvio H-4" (ou
3.30), tov mpwtoviov H-4" pe to yerrovikd mpwtdvio H-5" (du 3.57), kabmdg Ko Tov mpwtoviov

H-5" pe 1o yerrovikd pebviikd ntpwtovia H-6" (8u 1.09).
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IMivoxog 18: dacuatockomikd dedopéva. g ovoiag 18 (CDsOD, 400 MHz)

Oéom H on (ppm) Mo)hamrotnTa (J, Hz)
®arvvioomBvio-opada

2 1 6.69 d (2.0)

5 1 6.67 d (8.0)

6 1 6.56 dd (8.0, 2.0)

7al7b 2 2.80 t (6.7)
8a 1 4.05 dd (15.3, 7.1)
8b 1 3.72 dd (15.3, 7.1)
IMwkoon

1 1 4.37 d(7.8)

2' 1 3.37 t(8.1)

3 1 3.81 t(9.1)

4 1 4.92 t(9.1)

5' 1 3.53 m

6'a 1 3.57 dd (9.6, 3.1)
6'b 1 3.62 dd (9.6, 5.1)

Papvéon

1" 1 5.19 d(1.5)

2" 1 3.91 dd (3.1, 1.5)
3" 1 3.59 *

4" 1 3.30 *

5" 1 3.57 *

6" 3 1.09 d (6.2)

Ka@egovro-opddo

2" 1 7.05 d (2.0
5" 1 6.77 d(8.1)
6" 1 6.96 dd (8.1, 2.0)
™ 1 7.59 d (15.9)
8" 1 6.27 d (15.9)

*Enucolvntopeva onpota
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Ovoia 19: AgvkoocenTociong A
2-(3, 4-0wdpo&vearvoro) abvro-O-a-L-papvorvpoavosvro-(1—3")-(4'-O-E-pepovriotro)-p-
D-yAvkomvpavosiong

H ovoia 19 amopovaddnke wg ko6vig KITpvoL ¥podUOTOS Kol TavTonomdnke pe ) Pondea
poopatov H-NMR kot COSY, xafdc kot pe svykpion pe Pproypagikd dedopéva (Venditti
et al., 2016d; Venditti et al., 2017; Frezza et al., 2019).

Amopovodnke yio Tpd Qopd omd Tig pilec Tov gutov Leucoseptrum japonicum (Lamiaceae)
10 1982 (Miyase et al., 1982). Xto yévog Sideritis L. &yel Ppebei oe moAld €idn, omwg S.
perfoliata L. (Gonzalez-Burgos et al., 2011), S. perfoliata L. subsp. perfoliata (Charami et al.,
2008), S. raeseri Boiss. & Heldr. (Pljevljakusic et al., 2011), S. scardica Griseb. (Todorova et
al., 2014), S. syriaca L. subsp. syriaca (Stanoeva et al., 2015), S. euboea Heldr. (Tomou et al.,
2019), evd amopovdbnke kot and tov S. cypria Post and tovg Hanoglu et al. to 2019. "Eyet
amopovebei, emiong, amd yerrovikd €idn ¢ owkoyévelag Lamiaceae, émwg Phlomis linearis
(Calis et al., 1990), Stachys sieboldii (Takeda et al., 1985), S. affinis (Venditti et al., 2017) ko

Scutellaria salviifolia (Saracoglou et al., 1995).
Amo 1o paopa *H-NMR Mednkav ta akdlovba crporto:

>  ®gpovioho-ouddo

Ta onuato ovtobd Tov TURHATOG epPavIiiovTal o€ YoUNAd Tedia 6TO PACLO, EVE GE O VYNAO
nedio ovvroviCovtar to Tpmtovia e -OCH3 opddac. ITo cvykekpéva:

- Xe dn 7.66 ko o1 6.36 gppaviCovror Ta oAepvikd tpwtdvio H-7" ko H-8", avrtictoya, wg
V0 JdmALG KopLEES e peydAn otabepd ovlevéng (J=15.9 Hz), yopaktnpiotikd tov trans
OUTAOV dECUOD

- 2edu 7.19 eppaviCeton to mpmtoévio H-2" mg pa S1mAn kopuen| pe pikpn otabepd o0levéng
(J=1.9 Hz).

- X du 7.08 gupaviCetat to Tpmtovio H-6" mg pio duthdg dutAn kopven| (J=8.2, 1.9 Hz).

- Xe 01 6.80 eppaviCerar To Tpotovio H-5" mg pio durdn kopvoen (J=8.2 Hz).

- Xe On 3.89 guoaviCovian ta tpia TpmTovia g -OCH3 opddag, o¢ o amin Kopuen Tov

oAoxkANpavel Yo tpio Tpwtovia. H mapovsio g -OCHs opddag oto daxtOAo mpokodel
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amof®PAKIoN TOV TPMTOVIOV TOL dUKTVAIOV KOt TOL trans SmAov SEGOL GE GUYKPIOT LLE TOV

akteooion (BA. ovcia 18).

>  Ooawvvioafulo-ouddo

- Xg dn 6.69 gpoaviletor To mpmtovio H-2 mg po dutAn kopuen pe pkpn otabepd o0levéng
(J=2.0 Hz).

- Xg dn 6.67 gpoaviletar to Tpwtovio H-5 g pa duthny kopven (J=8.0 Hz).

- Xg dn 6.56 gpoaviletar to Tpwtovio H-6 og pia duthmg durhr) kopven (J=8.0, 2.0 Hz).

- Xg 0 4.05 kot on 3.73 eppavifovrar to tpmtovie H-8a ko H-8b, avtictoya, mg pia dumhdc
dutAn kopuen to kabéva.

- Xg ou 2.80 gugpavilovrar ta pebvievikd mpotovio H-7a/H-7b o¢ o tpurhy] kopuen mov

OAOKANPOVEL Y10 600 TpwTdvia (J=7.4 Hz).

> Xakyopa
X1 pecaio Teployn Tov PAcUATOC EpPoviCovTat 0V0 GTLLOTO TTOVL OVTIGTOLYOVV GTO, VOUEPTKE
TPOTOVIOL VO CAKYAP®V, CVYKEKPIUEVA HIOG YAVKOGNC Kol piog papvoomc.
- T'Akoon:
To avouepkd mpwtdévio H-1' g yAvkdong cvvtoviletan oe on 4.38 ko gpeaviCetar og o
oA kopven pe otabepd ovlevéng J=7.9 Hz.
- Xg 0u 3.40 gpopaviletar to Tpotovio H-2' og pia tpumn kopvon (J=8.4 Hz).
- Xg onu 3.82 guopaviletar to Tpwtovio H-3' og pia tpurn kopvon (J=8.4 Hz).
- g on 4.92 guopaviCeton to Tpwtovio H-4', 1 Kopven Tov 0moiov EMKAAVTTETOL A0 TNV

KOPLON TOV SOADTY.

Amo 10 @pdoua COSY emPefardbnkov ot ovledielg petalh TV YEITOVIKOV TPOTOVIOV NG
yYAvkoonc. Zuykekpéva, ot culevEelg HeTasd TV yeltovik®mv tpmtoviov H-1/H-2', H-2'/H-
3', H-3'/H-4' o1 H-4'/H-5". To npwtovio H-5' (dn 3.53) divel, emiong, onpa dS06todpmong e
10 TpwTOVIo H-6'h og o 3.62.

- Popvoon:
To avouepkd mpotdovio H-1" g papvoong suvtoviCetan og on 5.20 kot gpeaviletal mg o
) kopoen pe pkpn otabepd ovlevéng (J=1.6 Hz).
- Ze dn3.92 gpoaviCeton to mpotovio H-2" g pia dumhadg duh kopven (J=3.1, 1.6 Hz).
- Ze Ou 3.29 guoaviCetoan to mpwtovio H-4", 1 kopven tov omoiov emkaAdmTETOL OO THV

KOPLOT| TOV JAVTY).
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- Zg Ou 1.10 gpopaviCovror ta tpia pebBoviikd mpwtovie H-6" wg pion dSutAn xopven mov

OAOKANPOVEL Y10 Tpia TpoTOVIN (J=6.2 HZ).

And 1o edopa COSY emBefordbnkav ot culevéelg petalh TV YEITOVIKOV TPOTOVIMV TNg

popvoong.
IMivoxkog 19: dacuatockomikd dedopéva. g ovoiag 19 (CDsOD, 400 MHz)
Oéonm H on (ppm) Mo)hamrotnta (J, Hz)
®arvviooBvro-opada
2 1 6.69 d (2.0)
5 1 6.67 d (8.0)
6 1 6.56 dd (8.0, 2.0)
Tal7b 2 2.80 t(7.4)
8a 1 4.05 dd (15.3, 7.1)
8b 1 3.73 dd (15.3, 7.1)
IMwkoon
1' 1 4.38 d (7.9)
2' 1 3.40 t(8.4)
3 1 3.82 t(8.4)
4 1 4.922 *
5' 1 3.53 m
6'a 1 * *
6'b 1 3.62 *
Papvéon
1" 1 5.20 d (1.6)
2" 1 3.92 dd (3.1, 1.6)
3" 1 3.56 *
4" 1 3.29 *
5" 1 3.58 *
6" 3 1.10 d (6.2)
®epovrovio-opada
2" 1 7.19 d (1.9)
5" 1 6.80 d (8.2)
6" 1 7.08 dd (8.2, 1.9)
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7" 1 7.66 d (15.9)
g" 1 6.36 d (15.9)
-OCH3s 3 3.89 S
*ETkoAvTTopeEVa opota, *EmKoAVTTETOL b TNV KOPpLEN TOL S1aADTY
OCH:3
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Ovoia 20: Aafavrovir@oriociong
3,4-61wd6pokv, B-parvvroatBuro-O-a-L-apafvorvpavocvro-(1"—2")-a-L-
POUVOTVPOVOGLAO-(1"—3")-4-O-B-KkapeobAo-B-D-yAvkomvpavosiong

H ovoia 20 amopoviddnke o¢ duopen ovsio kot Tovtomomnke péom gooudtov H-NMR,

COSY «xot HSQC, kabmg ko pe obykpion pe Piproypapikd dedopéva (Basaran et al., 1988).

Amouovobnke mpotn @opd amd to eutd Stachys lavandulifolia Vahl. var. lavandulifolia
(Lamiaceae) amnd tovc Basaran et al. (1988). Zvvaovoud tov givol o «otayvoociong A»
(Nishimura et al., 1991). Eivai évog amd Toug mo ovyvoig ovulobovosldeis YAVKOGidEeS 6To
yévog Sideritis L. kot anavtdrol og ToAAG €161 ToV, Onteg S. scardica Griseb., S. raeseri Boiss.
& Heldr., S. taurica Steph. ex Willd., S. syriaca L., S. perfoliata L. (Petreska, 2011a), S. euboea
Heldr. (Tomou et al., 2019), S. perfoliata L. subsp. perfoliata (Charami et al., 2008;
Chrysargyris et al., 2019) kot S. lysia Boiss et. Heldr (Fraga, 2012). 'Exst peletn0ei yio
avTipAeypovmon kat avtidapntikn opdon (Akcos et al., 1999; Pitschmann et al., 2016), evd
éyel mopatnpnOei kot 1 cvuforn Tov ot peiwon g wieong tov aiparog (Mitkowska-Leyck
et al., 2002).

To @dopo *H-NMR gavepdvetl v dmopén d%o apopatikdv cvomudtov ABX oto popio,
eVOG KAPETKOV 0E£0G Ko £vOG 3,4-310dpo&u@atvoroatBvAo-Tunpatog (GyAvko), Kabmg Kot TV

TOPOVGIL GAKYAPOV.

> Koopeobro-oudda

To oYt TOV TPOTOVIMY 0wTol ToL THAIAToS eppavilovtal og younid nedio oto eacpo H-
NMR. ITw cvykekpéva:

- Ta okepwikd mpotovia H-7"" kot H-8"" gpoaviCoviar og dvo dumiég kopuveéc oe dn 7.60
(J=15.8 Hz) xou 6y 6.28 (J=15.8 Hz), avtictoyya, yopaKTnploTikd g dopng evog trans duthol
decLOV.

- To npwtdvio H-2"" gpoavileton og ou 7.06 wg o Sutdn kopven (J=2.0 Hz).
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- To mpwtovio H-6"" gppaviCeton o€ 01 6.96 gppaviletor og pa Sumhmg duAr kopooen (J=8.2,
2.0 Hz).

- To mpwtdvio H-5"" eppavifetor og du 6.79 gppaviletor og pa Suthn kopven (J=8.2 Hz).
Amo 10 pdopo COSY emPefardvoviar ot culedielc petald TV yertovik®v tpotoviov H-
5""/H-6"" 100 apouUaTIKOD SaKTVAIOD, KOOMG Kol TOV OAeQViK®V Tpwtoviov H-7""/H-8"" tov

trans outhov decov.

>  ®oawvvioofulo-ouddo

Ta mpotovio suvtovilovtal oe vymAdtepa medio oto paopa *H-NMR.

- Xgdu 6.71 gpopaviCetar To mpmtovio H-2 mg o duthn kopven (J=1.9 Hz).

- Xg dn 6.69 eppaviCetar To mpmtovio H-5 g o duthn kopven (J=8.0 Hz).

- Xg dn 6.57 epopaviCetar To mpmtovio H-6 mg o duthmg durhn kopvoen (J=8.0, 1.9 Hz).

- Xg 6n 4.05 ko O 3.74 gpoaviCovrar To didvpa orepvikd tpotovia H-8a kot H-8b wg pia
TOALUTTAY] KOPLOY| TO KOOEVOL.

- Xg ou 2.79 gupavifovrar ta odepvikd tpotovia H-7a kou H-7b g pia tputhny kopven mov

OAOKANPOVEL Y10 600 TpwTdvia (J=7.2 Hz).

» Zdxyapa
TV KeVIpIKN TEpoyn Tov eaopatoc tH-NMR evtomilovion xapoKtnpioTicd cIaTo. TPtV

AVOUEPTKAOV TPMOTOVIMV TOV DTOONADVOLY TNV VTAPEN TPUDY CAKYAP®V. ZVYKEKPILEVOL:

e T\vkoon:
To avouepikd mpwtdévio H-1' g yAvkoong eppaviCetar og on 4.39 og o duthn kopvoen (J=7.9

Hz).

Me ) BonBeia tov pdopatoc COSY tavtomombnkay o LVITOAOUTO TPOTOVIK TOV GUKYAPOL.
EmPeparwdnrav ta e&ng onuoto:

- To avopepkd tpmtovio H-1' g yAvkdong culevyvoutor pe 1o yertoviko npwtdvio H-2' og
dn 3.38 (t, J=8.5 Hz). To mpwtdvio H-2' culevyvuton pe to yertovikd mpwtovio H-3' (6u 3.77).
H anoBwpdkion tov tpwtoviov H-3' vrooniovet 6t ot B€om avtr yivetar 1 cOvVOESN LE TO
devTEPO GAKYAPO, TN PAUVOST).

- To mpwtovio H-3' culedyvoton pe to mpotévio H-4' (du 4.93), xor 10 mpwtovio H-4'
ocvlebyvoutar pe to yerrovikd mpwtdévio H-5' (du 3.55). H anobwpdkion tov npwtoviov H-4'

emPePardvel tn cHvoeon e TV KapeobAo-opdoa otn BEom avt.

128



- To mpwtovio H-5' culedyvutar pe 1o npotdévio H-6'b (8u 3.86). H ymun petatomion tov

uebvievikov mpwtoviov H-6'b (6<4.0 ppm) emPePardverl 61t vt 1 B€om tov GaKydpov givar

e ev0ep).
e Pouvoon:

To avouepikd mpotovio H-1" e papvoong cvuvroviletor o€ Ou 5.49 ko gppaviletor og o
dumAn Kopven pe pkpn otabepd ovlevéng (J=1.4 Hz).

Amd 10 paopo COSY dwmotdbnke otL:

- To mpwtdvio H-1" culedyvuton pe to mpwtdvio H-2" og on 3.96 (dd, J=3.0, 1.4 Hz).

- To mpwtévio H-2" culevyvutan pe 1o mpotdvio H-3" (6u 3.67) kou to H-3" pe to yerrovikod
Tov Tpwtdvio H-4" (du 3.30).

- To mpwtovio H-4" culedyvutar pe 1o yertovikd mpwtoévio H-5" (du 3.56), to omoio divet,

eniong, onua COSY pe ta pebvikd tpmtdvie CHz-6" (6u 1.06).

e avtibeon pe tov axteooion kot to Agvkocentooion A (BA. ovoia 18 kot ovoia 19), to
avoueptkd tpmtovio H-1" g papvoong eivar eppavag amobwpokicpévo. Avtod opeiletol 6To

YEYOVOG OTL GTO HOPLO TNG PAUVOCTG CLVOEETOL AKOUT VA GAKYOPO.

To tpito chKkyapo Tov popiov givor po TEVTOOT, 1 PoPIvoOcT. ZNUOVTIKO GO TOV 00NYTNOE
o€ avtd T0 cvumEPacpa ivor Evag peBuievikdg dvBpaxag mov eppaviletal og 6c 68.0 (pdopa
HSQC) ka1 avikel o€ mevioon, o€ avtifeon pe tovg pebvievikong dvOpakeg Tov e£06MV TOV
ovvtovifovtat o vymAdtepa media, mepimov o€ dc 62.0-63.0. Extoc avtov, onpovtikn otapopd
elval to mpwtdvio g Béoemc 4™ g apapvoong, 1o omoio, oe avtiBeon pe T yAvkoon,
Bpioketal oe 1onuepvn B€on pe amotéreopa va epgaviletor o€ on 3.79 wg po SImAdg dutAn
kopven pe pia axial-equatorial cvlevén pe 1o npwtovio H-3" (J=2.1 Hz), xabod¢ kot pe pio

o0levén pe Eva ek TV 800 YETOVIK®V PeBLAEVIK®OV TpmTovimv e 0éoemg 5™ (J=6.6 HZz).

e Apafwoon:
To avopepd tpotdvio H-1" g apafivoong sppaviCetar o on 4.32 og o SutAn kopven
(J=7.2 Hz).
Amd 10 paopo COSY dwmiotdbnie Ot :
- To avopepikd tpotovio H-1" cvlevyvotar pe to yerrovikd tpmtovio H-2" (6u 3.60).
- To mpwtdvio H-2"" culedyvutan pe to yerroviko mpwtovio H-3" (du 3.50).
- To pebvrevikd mpwtovia H-5"a kar H-5"b culedyvovron peta&d toug, evéd to mpmtovio H-
5™b ovledyvutar ko pe 1o yertovikd tov tpwtovio H-4" (6u 3.79).

- To npwtévio H-4" culevyvutar pe to yertoviko tov tpwtovio H-3" (du 3.50).
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And to edopa HSQC mapatnprdnkoav ot tpotoviopévol dvBpakeg Tov GKEAETOL TOV popiov.
A&ilel va onuel®BOLY 01 YMUIKES HETATOTICELS TOV OVOUEPIKAOV aVOPAK®OV TOV CAKYIp®V.
ZVYKEKPYEVA, TO avOUEPIKO TPpmTOVIo H-1" g yAvkoong £dmae onpa S106Tadpwong Le ToV
avOpoxo oe o6c 104.8 (C-1'), 10 avouepkd mpotovio H-1" g papvoong edmoe onua
dactavpmong pe tov avBpaka ce dc 101.6 (C-1") kot 10 avopepkd mpmtoévo g H-1™ g

apafvoong £dwoe onua dtotadpwong pe tov avhpoka og 6c 107.0 (C-1™).
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IMivoxkoag 20: acuatockomikd dedopéva, g ovoiag 20 (CDsOD, 400 MHz)

Ofon H oc (ppm) ou (ppm) MoAlamiétnTa (J, Hz)
®arvvioomBvio-opada
2 1 116.9 6.71 d(1.9)
5 1 116.4 6.69 d (8.0)
6 1 121.1 6.57 dd (8.0, 1.9)
7al 7b 2 36.5 2.79 t(7.2)
8a 1 - 4.05 m
8b 1 - 3.74 m
IMwkoon
1 1 104.8 4.39 d (7.9
2' 1 75.4 3.38 t (8.5)
3 1 82.5 3.77 *
4 1 70.5 4.93 t (8.5)
5' 1 76.0 3.55 m
6'a 1 3.64 *
6 1 oL 3.53 *
Papvéon
1" 1 101.6 5.49 d(1.4)
2" 1 83.1 3.96 dd (3.0, 1.4)
3" 1 71.9 3.67 *
4" 1 74.9 3.30 *
5" 1 70.4 3.56 t(7.2)
CHs-6" 3 18.9 1.06 d (6.2)
Apafivoon
(N 1 107.0 4.32 d(7.2)
2" 1 72.8 3.60 dd (9.5, 2.1)
3™ 1 74.4 3.50 *
4" 1 69.9 3.79 dd (6.6, 2.1)
5™a 1 3.53% *
5"b 1 0.0 3.86" dd (12.9, 2.1)
Kag@egovro-opada
2™ 1 115.1 7.06 d (2.0
5™ 1 116.5 6.79 d(8.2)
6" 1 123.2 6.96 dd (8.2, 2.0)
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7 1 - 7.60 d (15.8)
g 1 - 6.28 d (15.8)
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Ovoia 21: Aapoipmociong
3,4-6wdpokv, B-earvvroadvro-0O-B-D-yoroaktorvpavocvro-(1"—2")-a-L-
papvorvpavocvro-(1"—3")-4-0-B-kapeoiro-p-D-yAlvkomvpavosiong

H ovcio 21 anopovddnke og vrOLEVKN GUOPPN KOVIC KoL TOVTOTOMONKE Hécw pacpdtov TH-
NMR, COSY, HSQC ka1t HMBC, xofmg kot pécm ovykpiong pe Piproypoaeikd dedopéva
(Budzianowski & Skrzypczak, 1994; Ito et al., 2006).

Amopovobnke mpdt™ @opd amd ta dvOn tov eutod Lamium album (Lamiaceae) ko
nepleypaenke oo tovg Budzianowski & Skrzypczak to 1994. Xt fifloypagio avapipetar,
emiong, ¢ Aopovoiong A, tevmolooiong kot tevkplociong (Ito et al., 2006; di Paola et al.,
2009; Prescott et al., 2011). Xto yévoc Sideritis L. éyxsr avagepBel udévo oto €idn S.
germanicopolitana Bornm. kot S. trojana Bornm. (Kirmizibekmez et al., 2012; Kirmizibekmez
et al., 2019) nov avrkovv oto section Empedoclea, evd ywo mpdTH Qopd amopovodveTat amd

tov S. cypria Post. ‘Eyet e€etacbei n avtio&eidmtikn tov dpdon (Kirmizibekmez et al., 2012).

Amo 1o paopa *H-NMR Mednkav ta akéiovba crporto:

> Koopeobro-oudda

To GIUATO TOV TPOTOVIOY 0VTOY TOL TUNHATOS ERPovIovTon o€ yaumAd medio oto pdopa tH-
NMR. ITwo cvykekpuéva:

- Ta okepwikd mpotovia H-7"" kot H-8"" gppaviCoviar og dvo dumiég kopuveéc og dn 7.61
(J=15.9 Hz) xau o1 6.28 (J=15.9 Hz), avtictoyo, yapaktnpiotikd e doung evog trans durhov
deo OV,

- To mpwtovio H-2"" gpeavifetar og du 7.07 g pua duthn kopven (J=1.9 Hz).

- Tompwtovio H-6"" eppaviCetor o€ 01 6.97 gppaviletar o¢ po Sumhmg dumAr Kopven (J=8.2,
1.9 Hz).

- To mpwtdvio H-5"" eppaviCeton og on 6.79 gpuoaviletor og o dumkn kopoen (J=8.2 Hz).
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And to pdopa COSY emPePordvovral ot culedéelg HETAED TV YETOVIKOV TpmToviov H-

S5""/H-6"" 100 apouatiko) SaKTVAIOD, KOOMG Kol TV oAe@vik®v tpwtoviov H-7""/H-8"" tov

trans oumAov decpov.

>  ®oawvvioofulo-ouddo

Ta tpwtdHvia cuvtoviloviar g VyMAOTEpa Tedia oto pdopa *H-NMR.

- Xgdn 6.71 gpopaviCetar To mpmTovio H-2 mg o duthny kopven (J=1.9 Hz).

- Xg dn 6.69 eppaviCetar To mpmTovio H-5 mg o duthn kopven (J=8.0 Hz).

- Xg dn 6.58 gpoaviCetar To mpmtovio H-6 mg o duthmg durhn kopvoen (J=8.0, 1.9 Hz).

- Xg 6u 4.07 xou 6 3.74 gpoaviCovrat To didvpa orepvikd tpotovia H-8a kot H-8b wg pia
TOALATTAY] KOPLOY| TO KOOEVAL.

- Xg ou 2.80 gupavifovrar ta odepvikd tpotovia H-7a ko H-7b g pia tputhny kopven mov

OAOKANPOVEL Y100 600 TpwTdvia (J=7.4 Hz).

Amd 1o pdopa COSY emBefarmbnie n cvlevén petald tov yerrovikav tpotoviov H-5/H-6,
Kabmg kot 1 6vLevén TV TpoToviny g Bécewc 7 pe ta tpmtovie H-8a xar H-8b (H-7/H-8a,

H-7/H-8b).

» Zdxyapa
TV KeVIpIKN TEPoyn Tov eacpatoc tH-NMR evtomilovion xapoKtnpioTicd cpato TPtV
AVOUEPTKAOV TPMOTOVIMY TOV DTOONADVOLY TNV VTOPEN TPIOV GOKYAPOV. ZVYKEKPIULEVOL:

- T'Akodon:
To avouepkd mpwtoévio H-1' g yAvkoong eppaviCetar og on 4.38 wg o duthn kopvoen (J=7.9
Hz).
Me ) BonBeia tov pdopatoc COSY tavtomombnkay o LVITOAOUTO TPOTOVIK TOV GOKYAPOL.
EmBeBoarmdnioy ta e€1g ofjuata:
- To avopepwd mpotovio H-1' g yAvkdong culevyvutan pe 1o yerroviko npwtdévio H-2' on
(3.39). To mpwtovio H-2' ovlevyvutar pe to yerrovikd mpwtovio H-3' (du  3.77). H
aroBwpdxion tov mpwtoviov H-3' vrodoniovetr 601t 61N Béon avtn yiveron 1 cbhvoeon e 10
dehTEPO GAKYOPO, TN PAUVOOT).
- To mpwtoévio H-3' culedyvuton pe 10 mpotovio H-4' (du 4.93) kot owtd cvledyvotal pe 1o
yerrovikd tov mpwtovio H-5' (Ou 3.53). H amoBwpdxion tov mpwtoviov H-4' diver v

mBavotnTa cHVOESNS e TNV KaPeoDAO-0pdda 6t BEom avt).
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- To mpwtovio H-5' culevyvuton pe to tpotovie H-6'a kor H-6'0 og 6u 3.61 kon ou 3.54,
avtiotorya. Ta pebvievikd Tpmtovia g Bécewg 6' g YAvkoong epeaviCovtat og on < 4.00,
omoTe cuumepaivovpe 0TI 1 BEom 6 Tng YAvkoong eivorl eAevBepn.

- Ta npotoévie H-6'a kaw H-6'b cvledyvovion peta&d toug.

- Pouvoon:
To avouepikd mpotovio H-1" e papvoong cvvtoviletor o€ Ou 5.57 kou gppaviletor og o
gvpeia amhr] KopvoE.
Ao 10 pacpa COSY dwmotdbnke Ot
- To npwtdvio H-1" suledyvutar pe to yerrovikd npmtovio H-2" (6u 3.99).
- To mpwtévio H-2" culevyvutan pe 1o mtpmtovio H-3" (6u 3.65) kou to H-3" pe to yerrovikod
Tov Tpwtovio H-4" (dn 3.28).
- To mpwtdvio H-4" culevyvutal pe to yerrovikd mpwtdévio H-5" (du 3.54), to omoio divet,
eniong, onua COSY pe ta pebuievikd tpotovia CHz-6" (du 1.04).
H ympucn petatomion tov avopeptkov tpwtoviov H-1" vroonidvel tnv tapovsio evog axoun

COKYGPOL, TO OTTOI0 GUVOEETOL GTO HOPLO TNG POUVOCTC.

To tpito chkyapo tov popiov etvar pia e£601. Zoumepaivove OTL TPOKEITOL Y10 TN YOAAKTOON
31611 to mpwtovio H-3" gppaviletal og pa dumhdg dudn kopven pe pia axial-axial oulevén
ue 1o mpotoévio H-2" (J=9.9 Hz) kar pe pia axial-equatorial o0levén pe to mpwtovio H-4™
(J=3.3 Hz). Avt6 cvpPaivel 61011 To TpTOVIO H-4™ Bpicoketon, o€ avtibeon ue ) yAvkoon, o

onuepvn B€on.

- Toloktoon:
To avouepikd tpotovio H-1" g yoroktoong eppaviletor e on 4.35 ¢ pio dSutAn Kopven

(J=7.4 Hz).

Amnd 10 phopa COSY dwmotmdnke 61t 10 avouepikd ntpotdévio H-1" cvledyvotar pe to
yertovikd mpwtovio H-2" (0u 3.57). To mpwtovio H-2" culedyvutar pe 10 yeItovikd tov
tpwtovio H-3" (8u 3.47) kot owtd culedyvutal pe o YeItoviko tov tpwtovio H-4" (du 3.80).
Ta peBoievikd Tpotovia g Bécemg 6™ culgvyvuvton e To Yertovikd Toug Tpmtovio H-5" (0u
3.52). Ta peBurevikd mpmtovia H-6"a ka1 H-6"b og ou 3.81 kot du 3.72 Bpébnkav pe ™
Bonbeta tov paouatog HSQC (8¢ 62.3).

Me ™ Bonfewn towv poacudtov HSQC kot HMBC tovtonomnkay ot dvOpaxeg Tov okereTon,

eva emPefoardOnKay Kol 01 GLVIEGEIS HETOED TOV EMUEPOVS TUNUATOV TOL HOPIOv.
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Am6 to paopo HMBC mpaye, emiong, Tic €€1g TAnpogopies:

v To avouepikd npotdvio H-1' (du 4.38) g yAvkdong divel onpo daotadpeons pe Tov
avBpaxa C-8 (3¢ 72.0), yeyovog mov amodeikvidel 0Tt chvoeon g YAVKOoNG yivetal ot 0o
8 g patvvAoaBVAo-opadaG.

v To npwtovio H-4' (8u 4.93) tg yAvkoong divel onpa dlootadpmons 1e Tov KopBovolikd
avBpaxa C-9"" (8¢ 168.6), yeyovog TOV AmOSEIKVOEL TN GUVOEST TNG KOPEODAO-OLASOG OTN
0éom 4' g YAuKOOoNG, SIKAOAOYDVTAG KOT' 0VTO TOV TPOTO Kot TNV £VIOV amofwpdKicn Tov
npotoviov H-4".

v To npotdvio H-3' (8u 3.77) g yAvkoomng divel onpo dtactavpwong pe tov avOpoxa C-1"
(6c 102.0) ¢ papvoong, omdTte amodEIKVOETOL OTL 1) GOVOEST YAVKOOTG-papvoong eivar 1"> 3",
v To mpwtovio H-1" (8u 4.35) ¢ yahoaktoong divel onfjua dtaotodpmong pe tov dvOpako C-
2" (8¢ 82.0) g papvoongc, omdte 1| 6HVOEST pouvoons-yoroktoong eivan 1" —>2",

Suvendc, ta odkyapa ivor GuVESEUEVO 6TO LOPLO Katd TNV €ENG oelpd: YAvkdon =2 pouvoon =

YOAOKTOOM).

Mivakog 21: doacuatockomikd dedouéva g ovoiog 21 (CD30D, 400 MHz)

Oton oc (ppm)  on (ppm) IMorramhétnra (J, HZ) HMBC
®orvvroofvro-opdda
1 131.3 - - -
2 117.0 6.71 d (1.9 C-1,C-3,C-4, C-6, C-7
3 144.2 - - -
4 146.3 - - -
5 116.9 6.69 d (8.0 C-1,C-3,C+4
6 121.1 6.58 dd (8.0, 1.9) C-3,C-5
7al7b 36.5 2.80 t(7.4) C-1,C-2,C-6,C-8
8a 720 4.07 (m) C-1
8b 3.74 (m) C-1
IM\wkoon
1 104.1 4.38 d(7.9) C-3,C-8
2' 75.5 3.39 t(7.9)
3 82.3 3.77 * C-1"
4 69.9 4.93 t(8.9) C-5', C-6', C-9™
5 75.9 3.53 *
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6'a 62.0 3.61 dd (11.0, *)
6'b 3.54 *

Papviéon
1" 102.0 5.57 brs C-3, C-3"
2" 82.0 3.99 dd (3.3, 1.2)
3" 71.8 3.65 dd (9.5, 3.3)
4" 74.0 3.28 t(9.5) C-6"
o" 69.6 3.54 *
6" 18.6 1.04 d (6.0) C-4", C-5"

I'olaxtoon
1" 107.2 4.35 d(7.4) C-2"
2" 72.5 3.57 *
3" 74.4 3.47 dd (9.9, 3.3)
4" 69.9 3.80 t(3.2)
5™ 76.1 3.52 *
6"a 62.3 3.81 dd (11.1, *)
6"b 3.72 dd (11.1, *)
Kag@egovro-opddo

(N 127.7 - - -
2" 115.0 7.07 d (1.9 c-6", C-7", C-3"
3™ 149.9 - - -
4™ 146.5 - - -
5" 116.2 6.79 d (8.2 c-2", Cc-6", C-1", C-4"",
6" 122.9 6.97 dd (8.2,1.9) c-2", c-5", C-7", C-3"
™" 147.8 7.61 d (15.9) c-2", c-6", C-1", C-9™
8" 114.5 6.28 d (15.9) c-1", Cc-9™
o 168.6 - -

*Emolvntopeve onpoto
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Ovoia 22: Aapoveiong B
3,4-6w0dpokp, B-earvvroatdvro-O-B-D-yaraktomvupavocvro-(1"—2")-a-L-
papvorvpavocvro-(1"—3')-4-O-B-pepoviodro-B-D-yAvkomvpavosiong

OH

H ovcia 22 amopovadnke o¢ Gpopen kovig kot Tavtomomdnke pe m Pondewa pacpdrov *H-

NMR ko COSY, kabd¢ ko pe cvykpion pe Pipioypaeikd dedopéva (1to et al., 2006).

Amopovoinke yio mpmTn opd omd to gidog Lamium purpureum (Lamiaceae) (Ito et al., 2006),
evo el Ppedel ko oto €idog L. album (Czerwinska et al., 2017). O Aapovoiong B, énmg kot
o Aapovociong A (BA. ovoia 21) gival dgvtepoyeveic LeTAPOAITEG YOPAKTNPIOTIKOT TOV EOMV
tov yévoug Lamium (Yalcin et al., 2006; Salehi et al., 2019). Mg Bdon ™ d1e6vn BipAoypaeio

givon n Tp@T POPA TOL avapEpeTal oTo yEvog Sideritis.

Amo 1o paopa *H-NMR Mednkav ta akdlovba cruorto:

>  ®gpovioho-ouddo

To GYUATO TOV TPOTOVIOV 0VTOY TOL TUNLATOS EpPovIovTon o€ yaumAd nedio oto pdoua tH-
NMR. ITwo cvykekpéva:

- Ta olepwvikd mpwtovia H-7"" kot H-8"" gppaviCovior g 600 omAég Kopvpég o€ on 7.66
(J=15.9 Hz) ka1 6n 6.36 (J=15.9 Hz), avtictoya, yapaxtmplotikd thg doung evog trans durhod
deGLOV.

- To mpwtdvio H-2"" gpopaviletor og on 7.19 o¢ pa gvpeia amdn Kopven.

- To mpwtoévio H-6"" eppaviCetar og o 7.09 gpoaviletor og pa SimAdg oA kopven| (J=8.0,
1.7 Hz).

- To mpwtovio H-5"" gupaviletan o on 6.80 gppavifetar g pia duthn kopven (J=8.0 Hz).
- Xe on 3.89 gpopavifovtan ta tpio mpotovia g -OCH3 opddag wg o amAn Kopuen mov
oAoxkANpavel Yo tpio tpotovia. H mapovsio g -OCHs opddag oto daktoAo mpokoel
amof®PAKIoN TOV TPMOTOVIOY TOL dUKTLAIOV KOt TOL trans TtAoy SEGLOL GE GUYKPIOT LLE TOV

akteooion (BA. ovoia 18).
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And to pdopa COSY emPePordvovral ot culedéelg HETAED TV YETOVIKOV TpmToviov H-

S5""/H-6"" 100 apouatiko) SaKTVAIOD, KOOMG Kol TV oAe@vik®v tpwtoviov H-7""/H-8"" tov

trans oumAov decpov.

>  ®oawvvioofulo-ouddo

Ta pwtdHvia cuvtovilovion g VyMAOTEpa Tedia oto pdopa *H-NMR.

- Xgdn 6.71 gpopaviCetar To mpmTovio H-2 mg o duthny kopven (J=1.9 Hz).

- Xg dn 6.68 gppaviCetat To mpmTovio H-5 mg o duthn kopven (J=8.0 Hz).

- Xg dn 6.57 epopaviCetar To mpmtovio H-6 mg o duthmg durhn kopven (J=8.0, 1.9 Hz).

- Xg 6u 4.08 ko O 3.74 gpoaviCovrat To didvpa orepvikd tpotovia H-8a kot H-8b wg pia
TOALQTTAY] KOPLOY| TO KOOEVOL.

- Xg ou 2.79 gupavifovrar ta odepvikd tpotovia H-7a ko H-7b g pia tputhny kopven mov

OAOKANPOVEL Y100 600 TpwTdvia (J=7.4 Hz).

Amd 1o pacpa COSY emPePardverar n o0levén peta&d Tov yerrovikov tpwtoviov H-5/H-6,
Kabmg kot 1 6vLevén TV TpoTovimy g Bécemg 7 pe ta mpotovia H-8a xar H-8b (H-7/H-8a,
H-7/H-8Db).

»  Zdxyapa
TV KeVIpIKN TEPoyn Tov eaopatoc tH-NMR evtomilovion xapoKtnpioTicd cIaTo. TPtV
AVOUEPTKAOV TPMOTOVIMV TOV LTOONADVOLY TNV VTOPEN TPIOV GOKYAPOV. ZVYKEKPIULEVOL:

- T'\xkoon:
To avouepkd mpwtdévio H-1' g yAvkoong eppaviCetar o€ on 4.38 og o duthn kopvoen (J=7.9
Hz).
Me 1t BonBeia tov pdopatoc COSY tavtomombnkay o LVITOAOUTO TPOTOVIK TOV GUKYAPOL.
EmPeparddnrav ta e&ng onuata:
- To avopepwd mpotovio H-1' g yAvkdong culevyvoutot pe 1o yertoviko npmtovio H-2' on
(3.40).
- To mpwtévio H-4' (du 4.92) culedyvuton pe 1o yerrovikd tov npwtovio H-5' (o 3.53). H
aroBwpdxion tov tpmtoviov H-4' diver v mbavomta ohvoeons pe v pepoLAOHAO-OLAdN
o1 0éom avtn.
- To mpwtovio H-5' culedyvotar pe o mpotovie H-6'a ko H-6'b o ou 3.81 ko ou 3.54,
avtiotorya. Ta pebvievikd Tpotovia g Bécewg 6' g YAvkoong epeaviCovtar og on < 4.00,
omote cvumepaivovpe 0TI M BEom 6 g YAvkoong etvor eAevBepN.

- Ta npotévie H-6'a ko H-6'b culedyvuvion peta&d tovg.
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- Popvoon:
To avouepikd mpotovio H-1" e papvoong cuvroviletor o€ du 5.58 kot gppaviletor g o
evpeia amin kopven. H ynuikn petotémion tov avopeptkov tpwtoviov H-1" vrodnAidvetl tnv
TOPOVGIa EVOC OKOUN CaKYAPOL, TO 0010 GLUVOEETOL GTO POPLO TNG PAUVOCTC.
And 10 paopo COSY dwmotdbnke otL:
- To npwtdvio H-1" culedyvutar pe to yerroviko mpmtovio H-2" (6u 3.99).
- To mpwtovio H-2" cvlevyvuton pe 1o tpotovio H-3" (du 3.65) kot to H-3" pe 1o yeirrovikd
Tov Tpwtdvio H-4" (du 3.28).
- To mpwtdvio H-4" culedyvouton pe 1o yertovikd npmtovio H-5" (6u 3.58), 10 omoio divet,

eniong, onua COSY pe ta pebvievikd tpotovia CHz-6" (du 1.08).

To 1pito cbhxyapo eivar n yoraktoon pe Pdaon to yeyovog O6tL to mpwtovio H-3", dmwg
npoavagépnke oty ovcia 21, epupaviCetor o¢ po SUTAMG SITAY] KOPLEN UE U0 LEYAAN Kot
po pkpn otafepd o0Cevéng, evad ot YALKOOT elval pio TPUTAY] KOPLON UE HEYAATN oTabepd
ovlevéng.
- Toloktoon:

To avouepikd tpotovio H-1" g yoroktoong eppaviletor e on 4.35 g pia dutAn Kopuen
(J=7.4 Hz).

Amo 10 pdopo COSY dwmotmdnke 6t t0 avopepkd npotdévio H-1" cvlevyvdetar pe 1o
yerrovikd mpwtovio H-2" (6u 3.58). To mpwtovio H-2" ocvledyvutor pe 10 YEITOVIKO TOV
mpwtovio H-3" (0u 3.47) ko avto, pe 1 6€1pd Tov, GuLEVYVLTOL LE TO YEITOVIKO TOV TPMOTOVIO

H-4" (61 3.80). Ta peBuievikd mpotdvia g Bécemc 6™ culevyvuvtan peta&d Tovg.

IMivakog 22: Pacpotookonikd dedopéva tng ovoiog 22 (CDsOD, 400 MHz)

Oéon H oc (ppm) ou (ppm) Mol hamroTnTO,
®avoroarfvro-opdda
2 1 6.71 d (1.9
5 1 6.68 d (8.0)
6 1 6.57 dd (8.0, 1.9)
7al 7b 2 2.79 t(7.4)
8a 1 4.08 m
8b 1 3.74 m
I'hvkoon
1' 1 4.38 d(7.9)
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2' 1 3.40 *

3 1 * *

4 1 4.92 *

5 1 3.53

6'a 1 3.81 *
6'b 1 3.54 *

Papvéon

1" 1 5.58 brs
2" 1 3.99 *

3" 1 3.65 *

4" 1 3.28 *

5" 1 3.58 *

CHs-6" 3 1.08 *
I'olaxtoon

(N 1 4.35 d(7.4)
2™ 1 3.58 *
3™ 1 3.47 dd (9.8, 3.2)
4" 1 3.80 *
5™ 1 *

6"a 1 3.86" *
6™b 1 3.56" *

®epovrovro-opada
2" 1 7.19 brs
5™ 1 6.80 d (8.0)
6" 1 7.09 dd (8.0, 1.7)
™" 1 7.66 d (15.9)
8" 1 6.36 d (15.9)
-OCH3 3 3.89 S

*Emolvntopeve onpoto
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daopo *H-NMR ¢ ovsiag 22 (CD;0D, 400 MHz) ®daopo COSY g ovoiag 22 (CD3;OD, 400 MHz)
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Ovoia 23: Agovosiong A
3,4-61w0pokv,B-pavvroatdvro-0O-a-L-apafvorvpavocvro-(1"—2")-a-L-
papvorvpavocvro-(1"—3")-4-0-B-kapeoiro-p-D-yAlvkomvpavosiong

H ovoio 23 amopovhdnke o¢ Gypoun KOVIG Kot TanTonomdnKe pe ) xprion eocpudrov *H-
NMR xor COSY, xaBdc ko pe ovykpion pe Pprloypapca dedouévo (Calis et al., 1992;
Kirmizibekmez et al., 2012).

Amopovobnke yioo mpdTn @opd and to utd Stachys sieboldii to 1991 kot ovoudotnke
«otayvoooiong B» (Nishimura et al., 1991). Apydtepa, amopovmbnke and to putd Leonurus
glaucescens, amd 1o 0moio TPE KoL TV OVouacio «Aeovooidng Ay, Kol TEPIEYPAPNKE TANPMG
(Calis et al., 1992). X10 yévog Sideritis £xet amopovmbel povo amod to gidog S. trojana Bornm,
(Kirmizibekmez et al., 2012), eved mpdopato amopovodnke kat omd tov S. cypria (Hanoglu et
al., 2019). 'Exel Bpebei, emiong, oc €01 MOV AVNKOLV GE YEITOVIKA YEVI] TNG OIKOYEVELNG
Lamiaceae, 6nwg Ajuga salicifolia (Ajugoideae), Leonurus sibiricus (Lamioideae) (Akbay et
al., 2003; Pitschmann et al., 2016), xafd¢ ko oto €idoc Stachys lanata (Lamioideae) pe to

cLVOVLUO TOV, otayvcooiong B (Murata et al., 2008).

To @dopa *H-NMR gavepdvet v dmopén 0o apopatikdv cvomudtov ABX 6to pépio,
eVOG pepoVAKOD 0EE0G Kt €vOG 3,4-010pocupatvuroatBuio-Tunpatog (dyAvko), kabng Kot

TNV TOPOVGIN GOKYAP®V.

>  ®gpovioiho-oudda

Ta mpotévia avtod TOL TUNHETOS cuvtovilovtal og yopnAd emimeda oto @dopa. ITo
GUYKEKPLEVAL:

- Ta okepwikd mpotovia H-7"" ko H-8"" gppaviCovtar o du 7.67 ko on 6.38, avtictorya,
®¢ Ho oA Kopven to Kabéva pe peydhn otabepd ovulevéng (J=15.9 Hz), yapaxtmpiotikd
evog trans ourhov decLoY.

- To mpwtdvio H-2" eppavileton og o 7.21 og o dumkn kopuen (J=1.8 Hz).

- To mpwtdvio H-6"" gpopaviCetor e du 7.10 o¢ pia duthdg dutdy kopven (J=8.1, 1.8 Hz).

- To mpwtdvio H-5"" eppaviletar og du 6.82 mg pio durhn kopven (J=8.1 Hz).
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- Xe on 3.89 gueavitovton ta tpia tpotdvia g -OCH3 opddag, mg o amAr Kopven mov
oAOKANpaVEL Yo Tpiat Tpwtdvie. H mapovosio g -OCHs opddag oto daktoAlo mpokaiet
amof®PAKIoN TOV TPMTOVIOY TOL dUKTVAIOV KOt TOL trans SmtAov SeGOL GE GUYKPIOT LLE TOV

axteooion (BA. ovcia 18).

And 1o pdopa COSY emPePardvovral ot culevéelg petald v Yerrovikav npmtovioyv H-
5"/H-6"" tov apouatikod dakturion, KaOOS Kol TOV YEITOVIKOV OAEPVIKOV TpoToviny H-

7""/H-8"" tov trans dimAov decpov.

>  ®oawvvioafulo-ouddo

- To mpwtdvio H-2 gpgaviCetar o€ dn 6.71 og pa dSurhn kopven| (J=2.0 Hz).

- To mpwtdvio H-5 epgaviCetar o du 6.68 mg pa dSuthn kopven| (J=8.0 Hz).

- To mpwtdvio H-6 gppaviCetor o€ dn 6.57 og pa durhadg duthn kopven (J=8.0, 2.0 Hz).

- Ta pebvrevikd mpotovia H-8a ko H-8b speaviCovion og du 4.05 ko du 3.72, avtiotoya,
®G U0, TOAAATAT] KOPLOT TO Kabéval.

- Ta dvo pebvrevika mpotovia H-7a kar H-7b speoaviCovtor o€ on 2.80 g pia tpimhy kopuen

OV OAOKANP®VEL Y10 30O TpOTOVIA (J=7.2 HZ).

Amo 1o pdopo COSY emPefardvovrar o1 cvlevielg petald tov yertovikmv tpwtoviov H-5

kot H-6, kafd¢ kot tov tpmtoviov g 0éceme 7 pe ta. yertovikd mpotovio H-8a ko H-8b.

»  Zdxyapa
T pecoia mepoyn tov eacpotog *H-NMR Stoxpivovron tpia xapoKTploTikd GHIATO TOV
OVTIGTOTYOVV GTO OVOUEPIKA TPOTOVIA TPV CAKYAPOV. ZVYKEKPIUEVA, LG YAVKOONG, UI0G
pPOoUVOCNG Kot oG apofvoong.

- T'Akodon:
To avouepikd mpwtoévio H-1' e yAvkdong cvvtoviletarl o€ 0n4.38 ¢ pia SutAn Kopue1| Le
otafepd o0levéng J=7.9 Hz. To npwtovio H-2' eppaviCetar o€ on 3.39 ¢ o tpurhn Kopuen
(J=7.9 Hz). Amo 1o @dopo COSY emPePoindnke n ovlevén tov yerrovikov npotoviov H-1'
wot H-2".
Ao 10 paopo HSQC Bpébnkav ta pebvievikd npwtovia H-6'a kot H-6'D og ou 3.65 xat du
3.53, avtiotorya. H ymukn petatdmon tov pebulevikov npotoviov H-6'a ko H-6'b (6<4.00)
emPePardvel 61t o M oM TOL Caxydpov sivar elevBepn. Eniong, fpébnke 011 10 Tp@TOHVIO

H-3' (3u 3.80) diver onpa drustavpmong pe tov avlpaka ce dc 82.1.
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- Popvoon:

To avouepd tpotdvio H-1" g papvdong cvvioviCetor o€ du 5.50 w¢ por SutAn Kopuen [e
pupn| otabepd ovlevéng J=1.7 Hz. H anobmpdkion Tov avopueptkol TpoTovion TG popvooTg
dwaoroyeitar amd v mopovcion Vg AKOUN COKYAPOV, GLYKEKPEVO €VOG HOPIOv
apofivoong mov cuvdéetan ot Béom 2" ¢ papvoong.

Me m Ponbeia tov @dopatog COSY Ppébnkav ot ynukég HETATOMICES TOV VIOAOIT®OV
TPOTOVIOV Tov cakydpov. Ta peBvid mpotdvia H-6" culedyvouvtal e TO YEITOVIKO TOVLG
npwtovio H-5" (8u 3.58), to omoio ovledyvutal kot pe 1o YeITtovikod Tov npmtovio H-4" (Ou
3.29). To H-4" culevyvutar pe to H-3" (8n 3.64) kot awtd, pe TN 6Epd Tov, culebyvuTtal e TO

yertoviko tov H-2" (du 3.93).

To 1pito chxyapo Tov popiov givar po TEVTOOT, 1 APoPIvOcT. ZNUOVTIKO GO TOV 00NYTN\OE
o€ avtd T0 cvumEpacpa ivor Evag peBuievikdg dvBpaxag mov eppavileton o€ dc 67.3 (pdopa
HSQC) kot avikel 6to pebviévio pog tevioons, o avtibeon pe tovg peBvievikong avopakeg
TV €£06MV OV cuvtovilovtal o€ vynAdTEpa Tedia, epinov og d¢ 62.0-63.0. Emiong, o C-1

™ apafwvoong eppaviCetar o€ dc 106.9, evad g yAvkdong o€ dc 103.7.

- Apofwoon:
To avopepikd mpwtoévio H-1" ¢ apapivoong cvvtovileton og du 4.31 wg o dSuthr] Kopoen
pe otabepd ovlevéng J=7.4 Hz.
Amo 10 edopo COSY emPefaidbnie n ynukn petatdémon tov H-2" og o 3.60, 10 omoio
£0€1Ee onua daotadpmong pe To avouepikd tpotdévio H-1". Exiong, 1o H-2"' culedyvoton pe

10 H-3"' (8n 3.51), to onoio, 61N cvvéyela, culedyvouton pue to H-4" (8 3.77).

Me m Ponbeian tov eacpatog HSQC tavtomomOnkav ot mpwtoviopévol dvBpakeg Tovg
oKeAeTOV TOL popiov. Amd 1o edopo HMBC tavtoromnkoayv ot tetaprotayeig dvBpakeg Tov
oKEAETOV TOL pHopiov Kot Tpape, eniong, Tig eENg TANPOPOPIES:

v To avopepikd npotdévio H-1' (8u 4.38) tng yAvkdong divel onpo dlaotadp®ons He Tov
avBpaxa C-8 (3¢ 81.8), yeyovog mov amodekviel 0Tt 1 chHvoeon TG YALKOGoNG Yivetal ot B€om
8 ¢ patvvroaivuAio-opddas.

v To npwtovio H-4' (du 4.96) g yAvkoong divel onpo Saetodpmong He Tov KopPovuikd
avBpaxa C-9"" (6c 167.0), yeyovog TOV amodEIKVOEL T GUVIEST TNG KOPEODAO-OLAdG GTN
Béom 4' g YAuKOoNG, SIKAOAOYDVTAG KOT' 0VTO TOV TPOTO Kot TNV £VIov amofmpdKicn Tov

npwtoviov H-4'.
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v To npotdvio H-3' (8u 3.80) tng yAvkoomng divel onpo dtactavpwong pe tov avhpoka C-1"

(0c 101.5) ¢ papvoong, omdTte OmodEIKVOETOL OTLT) GUVOEST] YAVKOOTG-papvoong eivar 1" 3",

v To npotdvio H-1" (8u 4.31) g apapivoong divel oipo dtooctadpwong pe tov avopoxa C-

2" (8¢ 82.4) g papvoong, omdte 1 ohvVoeoN pouvoons-apafvoong eivar 1M—>2"

Yuvendc, Ta odKyapa Vol GUVESEUEVO 6TO LOPLO KaTd TV €ENG oElpd: YAvkOoN =2 pouvocn =

apofivoon.

IMivoxkog 23: acuatookomikd dedopéva g ovoiag 23 (CDsOD, 400 MHz)

Oéonm H on (ppm) oc (ppm) IMMoAramiétyra (J, Hz)

Aylvko

2 1 6.71 117.0 d (2.0)

5 1 6.68 115.7 d (8.0)

6 1 6.57 121.1 dd (8.0/2.0)

7al7b 2 2.80 36.1 t(7.2)
8a 1 4.05 m
81.8%

8b 1 3.72 m
I'\vkoon

1 1 4.38 103.7 d (7.9)

2' 1 3.39 t(7.9)

3 1 3.80 82.0 *

4 1 4.96° *

5 1 3.49 74.1

6'a 1 3.65 *

6 1 3.53 02 *
Papvéon

1" 1 5.50 101.5 d (1.7)

2" 1 3.95 82.4 dd (3.4, 1.7)

3" 1 3.64 714 m

4" 1 3.29 73.7 *

5" 1 3.58 m

6" 3 1.07 18.0 d (6.3)

Apafivoon

1™ 1 4.31 106.9 d(7.4)

2" 1 3.60 m

3" 1 3.51 *
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4" 1 3.77 brs
S5"a 1 3.86 *
5"b 1 3.54 o7 *
®epovrovro-opada
2" 1 7.21 111.5 d(1.8)
5" 1 6.82 116.3 d(8.1)
6" 1 7.10 124.2 dd (8.1/1.8)
™ 1 7.67 147.7 d (15.9)
8" 1 6.38 114.4 d (15.9)
A - - 167.0* -
-OCH3s 3 3.90 55.9 S

*Enucolumtopeva oo, EEnucoldntetat amd v kopuer tov drardtn, *Amododnke and pdopoa HMBC
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®aopa HSQC g ovoiog 23 (CDsOD, 400 MHz) ®dopa HMBC g ovoiog 23 (CDsOD, 400 MHz)
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I'6. DAINOAIKA ITAPATQI'A
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I'6.1. ITopdywyo Kivikov o&€oc

Ovoia 24: Xhmpoyeviko oo (3-O-ko@eodrokiviko o&v)

HO"'*

H ovoia 24 amopovddnke wg bypmun kovig kot tovtoromnke pe m porideio *H-NMR, COSY
kot NOESY, kabmg kat pe ) ovykpion pe Piproypagpikd dedopévo (Armata et al., 2008; Fan
et al., 2018).

‘Exel amopovobel omd moAld €idn Sideritis, énwg S. syriaca subsp. syriaca, S. raeseri, S.
scardica, S. syriaca, S. euboea, S. perfoliata subsp. perfoliata (Armata et al., 2008; Samanidou
et al., 2012; Goulas et al., 2014; Irakli et al., 2018; Tomou et al., 2019; Chrysargyris et al.,
2019). 'Exovv de€aybel moArég peléteg yia ) dpdon tov. ‘Exel mopovotdost avtipAeypovodn
Kot ovTykpoPlakn dpdomn, amotelel woyvpd avtio&ewdmtikd mapdyovta (Tajik et al., 2017;
Naveed et al., 2017; Jallali et al., 2020), mapovoidlel avtidapntiky dpdon Kot Kotd NG
Tavoopkiog Adym g oOVOEcNg Tov pe To petofoAiopd g yAvkoone (Meng et al., 2013;
Tajik etal., 2017; Naveed et al., 2017), sivar avtwneptacikoc tapdayovtag (Suzuki et al., 2002)
Ko £XE1 TAPOVOLAGEL AVTIVKNTIONGIKN enidpacn évavtt Tov otedéyovg Candida albicans (Sung
et al., 2010). H avtio&edmtikn tov dpdon 1o kabiotd aviukod évovit tov wv HSV-1, HSV-2,
HIV ko tov adevoiov (Chiang et al., 2002; Khan et al., 2005; Tamura et al., 2006; Naveed et
al., 2018), yprowo évavtt vevpoekeuiotikov voocwv (Veljkovic et al., 2018) kat, mbavamg,

avtikapkvoyovo (Meng et al., 2013).
Amopovodnke yio TpdTn eopd oo Tov S. cypria.

Amo 10 @hopa H-NMR Swmictddnke 1 mapovsio £voC apOUOTIKOD SoKTLAIOL e
vrokatdotaot tomov ABX. [Tpdkettan yia po kapeoHA0-0pddo Kot To GHLOTO TV TPOTOVIDV
nov odivel ivon ta &ne:

- Ze on 7.04 eppaviCeton 1o mpotdévio H-2' o¢ pa SurAn kopuen pe pkpn otabepd o0levéng
(J=1.8 Hz).

- Xe 81 6.94 gpoavileton to TpoToVIo H-6' 0g pa duthédg Sk kopoen (J=8.1, 1.8).
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- Ze du 6.77 gpoavileton to H-5' wg pia St kopven| pe peydin otabepd ovlevéng (J=8.1
Hz).
- Ze dn7.56 kot du 6.29 gppaviCovror ta orlepvikd tpwtovia H-7' kot H-8' tov trans duthot

deopov ¢ 600 dumhéc kopveég pe J=15.9 Hz, n kabepia.

Y& mo vymAd media oto paopa tH-NMR sviomilovtot To GHATO TV TPOTOVIOY TOV KIVIKOD
0&€0c. ZuyKeEKPLEVAL:

- Xg ou 5.37 gpoaviletar 1o H-3 og po dumAog tputin kopven (J=10.3, 4.7 Hz).

- Xg ou 4.13 gpoaviletar to H-5 og po durhr kopven (J=3.0 Hz).

- Xg ou 3.68 gpoaviletar 1o H-4 g po dumhag dudr kopven (J=9.6, 3.0 Hz).

- Xg ou 2.15 ko du 1.97 gppaviovon to akeipatikd pebvievikd tpwtovia H-6a ko H-6b
®G U0 TOAAATAT] KOPLOT TO Kabéva.

- Xg ou 2.00 ko dn 2.09 gppaviovon to areipatikd pebvievika tpotovia H-2a kon H-2b

®G U0, TOAAATAT] KOPLOT TO Kabéval.

A7d 10 eacpo COSY emBefoardbnke n ovlevén petatd tov yerrtovikav npmtoviov H-7'/H-
8', petald tov yerrovikav npotoviov H-5'7H-6', tov yertovikaov npotoviov H-3/H-4 ko H-

3/H-2, tov yerrovikov mpwtoviov H-4/H-5 kot tov yertovikdv tpotoviov H-5/H-6.

Xoppova pe to pacpa NOESY g ovciag emPefaidveral 0Tt To TpmTOVIO TOL SITA0D SEGUOD
Bpiockovton tAnciov twv tpotoviov og ou 7.04 (H-2') ko 6.94 (H-6") Tov apouatikod Topnva.
Avtd mapoaméunel oe doun KapeovAo-opdoag. [Hapatnpeital, enione, 6Tt 10 TPOTOVIO GE OH
3.68 (H-4) divel ofjua dtactavpwong pe 1o tpmtdvio oH 4.13 (H-5), enopévog cvumepaivovue
Ot owtd ta 600 mpwtdHvia givar o Cis dataln, apa emPePfordveTor OTL TPOKELTAL Ylo!

YAOPOYEVIKO 0ED.
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IMivoxog 24: acpatookomikd dedopéva g ovoiag 24 (CDsOD, 400 MHz)

Oéom H ou (ppm) Mo)hamrotnTa (J, Hz)
Opada Kivikov
2a, 2b 2 2.00, 2.09% *
3 1 5.37 td (10.3, 4.7)
4 1 3.68 dd (9.6, 3.0)
5 1 4.13 d (3.0
6a, 6b 2 2.15,1.97* *
Kagegovro-opada
2' 1 7.04 d (1.8)
5 1 6.77 d(8.1)
6' 1 6.94 dd (8.1, 1.8)
T 1 7.56 d (15.9)
8 1 6.29 d (15.9)
MOavadc avTioTpdpog
J & 8 o 5
Ll __ﬂ_,ji_,)] R i % @ e
: e e

&

déope *H-NMR ¢ ovoiag 24 (CD;OD, 400 MHz)

-

®éopoa NOESY ¢ ovsiag 24 (CDsOD, 400 MHz)
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I'6.2. AThd @ouvolMKd Topdymyo.

Ovcia 25: Evyevoroe-O-B-D-yhokomopavosiong

H ovaio 25 tovtomomdnke pe t Pondeia pacpdrov *H-NMR kot COSY, kabdg kar pe ™
obykplon pe PProypapikd dedopuéva (Mulkens & Kapetanidis, 1988; Fujita & Nakayama,
1992; Zhang et al., 2020).

Anopovodnke yio Tpdtn Qopd og kabopn poper| and o eutd Melissa officinalis (Lamiaceae)
Kot 800nke mApng meprypaen tov popiov (Mulkens & Kapetanidis, 1988). 'Eyxet Bpebei,
emiong, oto €ion Perilla frutescens (Lamiaceae), Nepeta cadmea (Lamiaceae), Oenanthe
javanica (Apiaceae) xou Pholiota limonella (Strophariaceae, Gilled mushrooms), evod eivou n
TPOTN POopa Tov Towtonoleitan oto yévog Sideritis (Fujita & Nakayama, 1992; Fujita et al.,
1995; Takeda et al., 1998; Zhang et al., 2020). Avagépeton kot wg «Citrucin Cy.

Ano 10 @éopa H-NMR Swmiotddnke n mapovsio evoc apmpatikod Saktudiov pe
vrokatdotactn Tomov ABX pe ta e€ng onuata:

- Zegon 7.12 epeavileton 1o mpwtdvio H-6 o¢ pa oumAn kopuen pe peydin otabepd o0levéng
(J=8.3 Hz).

- Zg dn 6.83 guoaviCetar o mpwtovio H-3 wg pia oAy Kopoen pe pikpn otafepd o0levéng
(J=1.9 Hz).

- Xeg du 6.75 gpeaviletar 1o Tpwtovio H-5 o¢ o dumhag duthn kopven (J=8.3, 1.9 Hz).
Eniong, o€ on 5.96 gppaviletor to mpmtovio H-8, mov avikel 6to dutho decud, evd o€ on 5.06
eupaviovrot ta dVo Prvolikd mpotdvia H-9. Ze on 3.84 mapatnpeiton o amdn Kopuen mov
oAoKANpOVEL Yo Tpion TpTOVIRL Katl oviictoyel otnv -OCHs opdda g 6écewc 10 tov

GKEAETOV.

And 10 @dopa COSY emPefaidbnkay ot GUVIESES HETOED TMOV YETOVIKOV TPOTOVIOV.
2vuyKekpyéva:

- To mpwtdvio H-5 culevyvutan pe to yerrovikd tov tpwtdvio H-6.
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- To mpwtdvio H-8 culedyvutar e to yertovikd tov tpwtdvio H-7 (8 3.35), kabmg kot pe o

yerrovikd eEmpebvievicd mpmtovio H-9 (6u 5.06).

210 pdopa TH-NMR 10 avopspikd npotévio H-1' e yAukoong emkaAdmTETon amd 10 oo
TOV 010A0TY, ®oTOG0 pe T Bonbeta Tov pacpatog COSY kat twv PAoypapik®my dedopévav
emPepfordOnke 611 gpeavileton oe ou 4.86. Emiong, divel onua dwactavpwong COSY pe 1o

yertovikd tov tpotovio H-2' (Sx 3.49).

IMivoxkog 25: dacuatookomikd dedopéva, tng ovoiag 25 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnta (J, Hz)

Aylvko

3 1 6.83 d (1.9)

5 1 6.75 dd (8.3, 1.9)

6 1 7.12 d (8.3)

7 2 3.35 *

8 1 5.96 m

9 2 5.06 dd (17.0, 1.5)

10-OCHz3 3 3.84 S

I'\vkoon

1 1 4.86° *

2' 1 3.49 *

3 1 * *

4 1 * *

5 1 * *

6'a 1 3.86 m

6'b 1 3.68 m

*EnwaAvntopeva onpata, *Exucalvntetol and 1o o1pe Tov SoAvT
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daopo *H-NMR ¢ ovoiag 25 (CDsOD, 400 MHz)  ®dopa COSY ¢ ovsiag 25 (CD;OD, 400 MHz)
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Ovoia 26: Bevlvio-O-B-D-yAvkomvpavooiong

HO HO
H ovcia 26 amopovaddnke mg kOVIG LITOKITPIVOL YPOUOTOC Kot TAVTOTomOnKe e tn Pondeia
poopatov *H-NMR kot COSY, kafdg kot pe ) cvykpion pe Pipioypoagikéd Sedopéva (Fujita
et al., 1994; Ramakrishna et al., 2017).

‘Exer Bpebei oe €idn omwg Zanthoxylum bungeanum (Guo et al., 2020), Kigelia pinnata
Ramakrishna et al., 2017) ko Hemerocallis minor (Zhao et al., 2018).

ATopovmveTot yio TpdTh Qopd amd tov S. cypria.

Amo 1o phopa tHNMR mipape o axdiovda orpotas

- Tampotovio H-4 gppaviCetan og on 7.42 o¢ pio Sty kopven| (J=7.1 Hz).

- Tampotovia H-2 ko H-6 gppaviCovtat og on 7.32 ¢ pio moAAATAY] KOPLOT).

- Ta mpotovia H-3 kot H-5 gugavifovrar og du 7.26 o¢ pio dutkn kopver, (J=7.3 Hz) mov
OAOKANPMOVEL Y10 OVO TPMOTOVLOL.

- Xe on 4.94 kan on 4.66 gppaviCovron ta mpwtoévia H-7 g voposupebuiopddag g Bécewg
7 ue o peydin otabepd ovlevénc. H ovlevén toug emPeParmdnke kot oto pdoua COSY.

> peoaio mTEPLOYN TOV PAGUOTOG EUPovIiovTol Ta TPOTOVIN EVOG LOPIOL YALKOONG. X€ OH

4.35 gpoaviletar 1o avouepikd tpwtovio H-1' wc pia i kopven (J=7.4).

Amd 10 paopo COSY Afednkav, eniong, To TopaKAT® GYLOTO:
- To avouepkod mpwtovio H-1' culevyvutan pe 1o yerrovikd tov npwtovio H-2' (on 3.23).

- Ta mpotovia H-6'a kot H-6'b culevyvovton peta&d toug (61 4.12 ka 3.78).
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IMivoxkog 26: acuatockomikd dedopéva, g ovoiag 26 (CDsOD, 400 MHz)

Oéonm H ou (ppm) Mo)hamrotnTa (J, Hz)
Aylvko
2 1 7.32 m
3 1 7.26 d(7.3)
4 1 7.42 d(7.1)
5 1 7.26 d (4.5)
6 1 7.32 t (7.3, 6.8)
7a 1 4.94% d(11.7)
7b 1 4.66" d(11.7)
IMwkoon
1 1 4.35 d(7.4)
2' 1 3.23 *
3-5 3 3.60-3.50 *
6'a 1 4.12% *
6'b 1 3.78* *

*EmkoAvntopevo ouata, “TIbavog avtiotpdpmg
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I'7. TIOAY-YAPOZY ITAPATQI'A
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Ovoia 27: IlohvpmoTpivy

H ovocia 27 amopovddnke ¢ puiypo pe Thv ovsio 16 kot tavtomomdnke pécon eacudtov *H-
NMR kot COSY, kabmg kot pe ) ovykpion pe Piproypoapikd dedouévo (Ramakrishna et al.,
2017; Zou et al., 2007).

Amopovodnke yo TpmdTn eopa amd to euté Hedysarum polybotrys (Zou et al., 2007) ko éxet
amopovebei, eniong, amd to £idn Calystegia sepium (Shi et al., 2019) xau Kigelia pinnata
(Ramakrishna et al., 2017).

Aev &yl avapepBel Eava oto yévog Sideritis, omdte sival ) TpdTN POPE TOL ATOLOVAOVETAL OO

oVToO.

Amo 1o paopa *H-NMR mipapie Tic Eng TAnpoopicg:

- Zg on 8.00 gpoaviletar to tpwtovio H-4' wg o 01k Kopoen pe peydin otafepd o0levéng
(J=8.1 Hz).

- Zg 0u5.90 gpopaviCeton to Tpotdvio H-2 ¢ pia oumAn kopoen pe pkpn otabepd odvlevéng
(J=4.4 Hz).

- Zg 0n5.69 epnpavieton To mpwtdvio H-5' o¢ pia dumn kopoven e peyain otabepd ovlevéng
(J=8.1 Hz).

- Xg 6u 4.18 gupaviletar 1o Tpwtovio H-3 o¢ po dumhag duthn kopven (J=9.9, 4.4 Hz).

Ano 10 @dopo COSY emPefouddnke n ovlevén tov yertovikdv npwtoviov H-4'/ H-5', n
ovlevén tov Tpwtoviov H-2 pe 1o yerrovikd tov mpwtdvio H-3 (du 4.18), tov mpwtoviov H-3
LLE TO YEITOVIKO ToV TtpTdvio H-4 (01 4.13), kabdg kot Tov Ttpwtoviov H-4 pe 1o yertoviko tov

npwtovio H-5 (6u 4.02).
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IMivoxkog 27: dacuatockomikd dedopéva. g ovoiag 27 (CDsOD, 400 MHz)

Oéom H ou (ppm) Mo)hamrotnTa (J, Hz)
Aylvko

2 1 5.90 d (4.4)

3 1 4.18 dd (9.9, 4.4)

4 1 4.13 *

5 1 4.02 m

6a 1 * *

6b 1 * *

4 1 8.00 d(8.1)

5 1 5.69 d(8.1)

*EmKoAnTOpevo criata.
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®éopa *H-NMR g ovoiag 27 (CDsOD, 400 MHz) ®baopo COSY g ovoiag 27 (CD;OD, 400 MHz)

159



I'8. ITAPAT'QI'A AIITAPQN OZEQN
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Ovoia 28: 7-v3po&v-@arvoro-01BviesTéEPag TOV 6TEAPLKOV 0EE0G

2 1 I 2 18'
HO CHZ_CHZ_O—C—CH2—(CH2)15

e | |

5 & 0

Me

H ovcia 28 tavtomomnke péom ¢dopatoc *H-NMR, kabdg kor pe ™ cOykpion pe

Bproypapuc Sedopéva (Oksiiz et al., 1992).

Avagpépetar oo €idog Inula graveolens (Asteraceae). Xto yévog Sideritis éyet amopovobel povo
amd 1o €idog S. euboea (Tomou et al., 2020), cvvendc givor Kol 1 TPMOTN QOPE TOL

ATOUOVMVETAL 0o TO €id0g S. cypria.

Amo 1o phopa *H-NMR Mednkay ot e&hg mAnpogopisc:

- Zg on 7.06 gppaviCovion ta mpotdvie H-2" kot H-6" o¢ o duthdg duthn kopuen mov
OAOKANPOVEL Y1 600 Tpwtdvia (J=8.5, 1,4 Hz).

- Zg on 6.74 egpepaviCovrar ta mpmtovie H-3" ko H-5" wg o dumhdg dutAn Kopuen mov
OAOKANPOVEL Y10 600 Tpwtdvia (J=8.5, 1.4 Hz).

- Xg o 4.21 gppaviovton to pebvievikd tpotdévia H-1 og o tputdny kopven| (J=7.0 Hz).

- Xg on 2.84 gpopaviovton to pebvievikd tpmtovio H-2 wg o tputdn kopven| (J=7.0 Hz).

- Xg don 2.27 gppaviovton to pebvievikd tpwtdvie H-2' g o tputdn kopven| (J=7.4 Hz).

- Xg on 1.32 gpoaviCovton to pebvievikd tpwtovia (-CHaz-)1s .

- Zg 0n 0.89 guopaviCovror ta TpoTdVIA TOL TEMKOD HeBVAIOL WG o TPITAY Kopven (J=6.7
Hz).
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IMivoxkoag 28: dacuatockomikd dedopéva, g ovoiag 28 (CDCls, 400 MHz)

Oéom H ou (ppm) Mo)hamrotnTa (J, Hz)
1 2 4.21 t (7.0)
2 2 2.84 t (7.0)
2' 2 2.27 t (7.4)
2", 6" 2 7.06 dd (8.5, 1.4)
3", 5" 2 6.74 dd (8.5, 1.4)
(-CH2-)15 * 1.32 *
CHs 3 0.89 t(6.7)
*Emkolontopevo onpota
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Ovoia 29: Tpreraivy
1,2,3 Ilpomavetpwro (97, 9'Z, 9"2)-tpic-(-9-6ekaoktagvoikd o&)

H ovoia 29 tavtomomOnke pe ) Pondeia pacudrov TH-NMR katl*C-NMR, kafdg kot pe
obykpion pe Biproypapikd dedopéva (Hamid et al., 2017).

‘Exer anopovmbel amd 1o @utd Alafia barteri (Apocynaceae). Xto yévoc Sideritis éyet
amopovembei omd to €i60¢ S. euboea oto £pyaoTNPLO HoG, 6To TAAIG10, S10AKTOPIKNG dtoTpiPng,

TOL OMOTEAEGLLOLTAL TNG OTTO10G OEV £X0VV dNUoctevdel akdpa.

H ovykekpipévn doun amotedeitor amd tpio poplo AMmwapov 0E£0G Ta 0ol GLVOELOVTUL LETOED

TOVG pE Eval LOPLo YAVKEPOANG.
Y10 paopo C-NMR sivat spgovn to okdAovOa crpaTa:

- Zg oc 173.4 xar 173.0 ocvvrovilovror kapPovuiikoi avOpakes. To Hiyog Tov TPOTOL GNUATOG
0€ OYE0MN TPOG TO OEVTEPO HOG 00MYel oty vdBeon 6t cvvtovilovtal dV0 1G0dVVaALOL
dvOpokeg otV 1010 ¥MLUKN LETATOMION.

- Xapokmplotikoi, eniong, €ival ot avOpakeg Tov popiov TG YALKEPOANG, OTOL GTNV 101
AN petotdmion epeaviCovtal Ta 600 1odvvaue LEBVAEVIA TS TV aKkpaimy 0AVGId®Y
A ko C, evd to pebivio ™ pecaiog alvocidag B cvvtoviletan og yauniotepa media, AOym
TOV YNUKOV TOL TEPPAAAOVTOG.

- H mapovoia evog povo d1umhod decpov oe kdbe aivcida emiPePfordveror amd ta GNUATO GTIV

TEPLOYN TOV OAEPVIKOV ovBpdkmv (d¢c 130.0 & 128.3).

[Mopakdto moapatiBevior ot ynUIKéS peTaTomicel TV TpoToviov g aAvcidag A. Ot 1d1eg
TIWES 1oxoVV akpPdS Kot Yo TG GAleg 000 aAvcidec, To omoio dwmotdveTol ond TNV

oAoKA PG KAOE KOpLPYC OV Trapatnpeiton 6To Pdoua *H-NMR.
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Amo 10 pdopo TH-NMR AdPape tig e mAnpogopisc:

- Xe On 5.34 gpoavifovral o 0AePVIKA TPpmTOVIA TV Bécemv 9 kot 10 o¢ po ToAAATAY

KOpLON.

- Xe on 2.75 gpopavifovtar to pebuievikd mpmtovia tov Bécemv 11 ko 14 wg po tputin

Kopvon (J=6.4 Hz).

- Xedn 2.29 epgaviCovton ta pebBuievikd mpotovia H-2 wg po Sumthmg tputin kopven (J=6.8,

2.0 Hz).

- Zg du 2.01 gppaviCovtar ta peboievikd mpotdvia g Bécewg 8.

e on 1.56 gpopaviCovror ta peBvievikd tpmtovia H- 17 wg pia amhr kopoen.

- Zg du 1.28 gppaviCovtar ta vroOLoma HeBLAEVIKA TPMTOVIOL MG L0 EVPELN OTTAT) KOPLPT.

- Zg on 0.87 gppavifovton to pebvikd TpoTdVIo TOL TEAMKOD AvOpaKa TG OAVGIdNG MG o

TOALUTTAY] KOPLOT].

Ta tpotoéVIa Tov popiov TG YALKEPOANG eppaviCovion oG EENG:

- Xedu 5.25 gpoaviletar to mpmtovio -OCH kovtd otov avOpaka e 0écemc 1 g aAvcidag

B o¢ o moAhami kopoen.

- Xg don 4.27 epopavifovtar to tpotovia -OCHz g pia dumhodg dumdn kopven| (J=4.1,11.9 Hz)

OV OAOKANPAOVEL Yo 000 TPOTOVINL Ko Bpickovion kovid otov avOpaka g Bécemg 1 g

alvoidag A.

- Xg dn 4.12 gpoaviCovron ta tpmtovie -OCH2 o¢ pia dSumhdg S kopven (J=6.2, 11.9 Hz)

OV OAOKANPAOVEL Yo 000 TPOTOVINL Ko Bpickovion kovid otov avOpaka g Bécemg 1 g

alvoidag C.

IMivakog 29: Pacpotookonikd dedopéva tng ovoiog 29 (CDCls, 400 MHz)

O¢éon H ou (ppm)  MollomroTnTo oc (ppm)
-OCHA 2 4.27 dd (4.1, 11.9) 62.1
-OCHBE 1 5.25 m 68.9
-OCH® 2 4.12 dd (6.2, 11.9) 62.1
2-CH; 2[x3] 2.29centered  dt (6.8, 2.0) 34.0,34.2
8-CH> 2 [x3] 2.01 * 27.1
11-CH; 2 [x3] 24.9

2.75 t (6.4)

14-CH> 2 [x3] 25.6

17-CH; 2 [x3] 1.56 S 27.4
- 130.0*

9-CH 1[x3] 534 m s

10-CH 1 [x3]
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-CH3 3 [x3] 0.87 m 14.1

3,4,5,6,7,12,13,15,16 -CH, | 2 [x27] 1.28 bs 29.6

-CO (eotépeq) - - - 173.4 [x2] & 173.0

*Emkodvurtopevo onpoto #Hteowd)g avTIoTPOP®G
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H mapodoo petomtvoyloky epyocio ekmovinke HE OKOTO TN QULTOYNUIKN UEAETN TOV
KoAAlepynuévov @utikoV &idovg Sideritis cypria Post. Zvykexpyéva, peretnnkav tpia
eKyLAioUaTO: TO EYYVUA TOV PUAA®DV, TO £YYVHO TOV avOEmV Kot To pefavolkd ekyOAICUA TOV
QOA®V T0L PLTOV. To PLTIKO VAMKO TPOEPYETAL OO TN UNTPIKT KOAMEPYELQ KOl GLAAEYOMNKE

670 6Tdd10 TS Avoionc.

Ta dV0 gyydpato pereTnOnKay yioo Tp®OTN POpd, Ve T0 HeBAVOAIKO exyOMopa Exel peetnOel

npoéceata omd Ty oudda twv Hanoglu et al. (2019).

A6 10 £yyopa TV POAL®V amopovadnkay Kot tovtoromOnkay 12 devtepoyeveic petaforiteg
MOV  KOTOVEHOVTOL  OTIS  YNUIKEG  Katnyopieg TV 1pdosdav,  OAoPovoeddv,

QOVLAOOAVOEWD DV YAVKOGIOMVY KO POLVOAIKOV TOPAYDYMV.

e Ip1doedn: Melrrosiong (ovoia 1), Aytovykooidng (ovcia 4)

e  dloPovoeidn: Ioookovtelhapeivo-7-0-[6"-O-axeTvAo-B-D-0Alomvpavocvro-(1—2)-
B-D-yAvkomupovooiong (ovoion 14), 4'-O-pebvro-tcockovtelhapeivo-7-0-[6"-O-
aKeTVAO-B-D-aAdomvpavocvro-(1—2)-B-D-yAvkomvpavosiong (ovoia 15), Amtygevivo-
7-O-B-D-yAvkomvupovooiong (ovoio 11), Amyevivo-7-O-[6"-O-(E-z-kovuapoiro)]-p-
D-yAvkomvpavooiong (ovcio 13)

o  dovvraBavoeldeic yAvkooideg: Akteoaiong (ovsia 18), Asvkocentociong A (ovoia

19), AoPavroviipoiociong (ovoia 20), Aapaiurociong (ovoia 21), Asovoosiong A
(ovoia 23)

e  Dowolkd mapdywyo: XAwpoyevikd o&d (ovoia 24)

Ao 10 Eyyvpa TV ovOEmv amopovodnkay kot tavtomomOnkav 11 devtepoyeveic petaforiteg
OV KOTOVELOVTOL OTIC KOTNYOPieC TV 1PO0EW0®V, QAUPOVOEDYV, @UVLANIDAVOEIO®Y

YAVKOGIOMV, PUIVOMK®V TOPAYDY®Y KOl TOAV-DOPOEL TOPAYDYWV. ZVYKEKPIUEVOL:

e Ipidoedn: Melrtooidng (ovoia 1), I'evimoo1diko oD (ovoia 2)

o  ®lafovoeidn): Ioookovtelapeivo-7-O-[6"-O-axeTvro-p-D-aAronvpavocvro-(1—2)-
B-D-yAvkomupavooiong (ovoia 14), 4'-O-pebvro-vmoraetivo-7-0-[6™-O-oakeTvio-f-D-
aAlomvpavocsvro-(1—2)-B-D-ylvkorvpavoosiong (ovsio 17), IocockovteAlapeivo-7-
O-[6"-O-aketvA0-B-D-alhomvpavocvro-(1—2)]-6"-O-aketvro-p-D-

yYAvkomvpovosiong (ovoio 16)

o  OawvioBovoedeic yAkooidec: Akteooiong (ovsia 18), Agvkocentosiong A (ovcia

19), Aapoiumooiong (ovoia 21), Agovooiong A (oveia 23)
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o  Dowolkd mapdymyo: XAwpoyevikd o0&y (ovoia 24)

e [ToAv-vdpoév mapdywya: [Moivumotpivn (ovcio 27)

Ao 10 peBaVOMKO eKYOMGUO TOV QUAA®V omopovodnkav kot tovtomombnkov 25
OgVTEPOYEVEIC UETOPOMTEG OV KATOVELOVTOL OTIG YNUIKES KOTNYOpieG TV dtepmevimv,
OTEPOADVY,  1PO0EWDV, EAUPOVOE®OV,  PAIVLAUBOVOEWBDV  YAVKOGIOMV, (QOIVOAIK®DV

TOPAYDYWOV KOl TOPAYDYOV ATap®dV 0EEMV. XuyKEKPIUEVAL:

e Auepnévia: Awveapoin (ovoia 5), Z160An (ovoia 6), 3-aketvio-AevkovOorn (ovoia 7)

o Xtepdhec: Etiypaotepoin (oveia 8), f-crtootepoin (ovoia 9)

e Ipdoedn: Mehrtociong (ovoia 1), 8-emi-Aoyavikd o0&V (ovaia 3)

o  Dlafovoedn: Amyevivn (ovsio 10), Amtyevivo-7-O-B-D-yAlvkomvpavosiong (ovcio
11), Amyevivo-7-O-[4"-O-(E-z-kovuapoiro)]-B-D-yAvkomvpovocione (ovoia 12),
Amyevivo-7-O-[6"-O-(E-z-kovpapodro)]-B-D-yAvkomvpavosiong (ovoio 13), 4'-O-
uebvio-vmoAaetvo-7-0-[6"-O-axeTvAo-B-D-aAlomvpoavosvro-(1—2)-B-D-
yhvkomvpavooidng  (ovoia  17), Ioookovtelapeivo-7-O-[6™-O-aketvro-f-D-
aALomLPavooLA0-(1—2)-6"-O-axeTvA0-B-D-yAvkomvpavosiong (oveio 16)

o  dovvraBavoeldeic yAvkooideg: Akteoaiong (ovsia 18), Asvkocsentociong A (ovoia

19), Aafavtovieorociong (ovoia 20), Aapoiurociong (ovsia 21), Aapovsiong B
(ovoia 22), Agovociong A (ovoia 23)

o ®dowolkd mapdywyo: Xiopoyevikdé o0&y  (ovoio  24), Evyevvro-O-B-D-

yAvkomvpavosidng (ovoio 25), Bevlvio-B-D-yivkomvpoavosiong (ovoio 26)

e IToAv-vdpoév mapdywya: [ToAvumotpivny (ovoio 27)

o Jlopdymya Mmapdv 0oEmv: m-VOPOEV-PAIVLAO-MOVAEGTEPOAS TOV GTEAPIKOV 0&EOC

(ovoia 28), Tpiedaivn (ovcia 29)
Otovoigg 1-4, 7-10, 13, 15-17, 21, 22, 24-29 amopovabnkoy yio tpdtn eopd amnd tov S. cypria.

v Katnyopia tov Otepmeviov amopovodnkov omnd To HEBOVOAIKO EKYOMGUO TPELS
devtepoyeveic petafoiiteg e KeVIPIKO okeAeTd ent-kaovpeviov (ovsieg 5-7). Ot ovsieg 5 kKo
6 &yovv amopovmbei Tponyovuéveg omd tov S. cypria (Hanoglu et al., 2019). A&iCel va
o(OA0OTEL OTL TOPE TO YEYOVOG OTL TPOKEITAL Y10l GYETIKE ATOAES OVGIES, TO EKYVAICLA 0T TO
omoio mponABav Mtav moikd. To 1810 1oyvet kot yia Tig ovasieg 8, 9, 28 ko 29, ot omoieg sivan

OTEPOLES KOl TOPAY®YO AMTTAPDV 0EEMV.
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[Minbodpa epevvodv to Tehevtaio YOV, £(0VV OTOKOADWEL TNV TOPOVCia YAVKOCIOMV 8-
V3po&L PAaPovav Ge gidn Tov Yévoug Sideritis, 0mwc akeTVAIOUEVOL T} un akeTVAM®pEVOL 7-O-
aALoovA0-(122)-yAvkooideg TG 1o0oKoLTEAAAPEIVNC (8-VOpo&y amiyevivn) Kol TNG
vroAaetivig (8-vdpo&v AovteoAivig), kabmg emiong kot ta 4'-pebolv mapdywyd toug (EMA,
2015; Stanoeva et al., 2015). Xmnv moapovoa epyoacio amopovodnkav tpio mapdymyo
oookovteAlapeivng (ovoieg 14-16) ka1 évo mopdywyo vmolaetivng (ovsia 17). Ta
QOTEAEGUOTO, AVTO GLUUEOVOVV e NOM peretnuéva €idn Sideritis mov avikovv otov Topén
Empedoclea, 6mwg S. scardica (Todorova and Trendafilova, 2014; EMA, 2015), S. perfoliata
L. subsp. perfoliata (Charami et al., 2008; Chrysargyris et al., 2019b), S. euboea (Tomou et al.,
2019), S. raeseri (Gabrieli et al., 2005; Romanucci et al., 2017) xou S. syriaca (Plioukas et al.,
2010; Goulas et al., 2014). ¢ apketéc pehéteg Exel avoeepOei n avToEEOMTIKT IKOAVOTNTO TOV
ToPAYOY®V 1600KoVTEALOPETVIS Ko vrrohaetivig (Gabrieli et al., 2005; Charami et al., 2008;
Armata et al., 2008; Kirmizibekmez et al., 2012). Eivar amodederyuévo oti Aafovoeldn pe
TOVAQYLETOV £va VOPOELALD 6TO B d0KTUA0 Topovctdlovy LYNAN AVTIOEEIOMTIKT IKAVOTNTO
(Sarian et al., 2017; Charami et al., 2008). Qot6c0, 1 Tapovsia VOpo&vAiov 610 dokTOAO A
Kol 0 OKEAETOC KateydOAMe N M 4-vopo&vro-opddo oto B doktoAo evteivouv v

avtio&edmTikn tkavotnto (Sarian et al., 2017; Charami et al., 2008).

Y& pio perétn tov Frezza et al. (2019) avaeépetor 0T1, 66OV 0QOPO GTHV KoTnyopio Tmv
QAOPOVOEO®Y, TO TOPAYWYO  OMLYEVIVNG, OGOCKOVLTEAAOPEIVNG, VTOAOETIVIG Kot
OKOVTEALOPETVIG elvar o1 T€6GEPIG KOPLOL TOTTOL PAAPOVOEWODV TOV CLVAVTMOVTOL KOTd BAcon
otV owkoyévelo, Tov Lamiaceae. Extdg tov tHnov g okovteAlapeivne, avtol ftav ot tomot
QAOPOVOEIBDV TOV amopovOONKay 0o Tov S. Cypria otn GLYKEKPIUEVT GUTOXNUIKTY HEAETT.
Eniong, mopatmpnnke 0t1 oto yévog Sideritis yopoxtnpiotikoi ynueloto&vopkoli deikteg
elval ta Topdyyo VTOAETIVIG LE AKETVAIOUEVO TO HLOPLO TNG OAAOCTG, TOPAYWYQ OTLYEVIVIG
pe m-kovpapkd o0& oto okeAeTd TOVG, KABMS Kot ditepmévia pe okeAeTd ent-kaovpeviov,
OOUEG TTOL GLVADOLV LIE TO AMOTEAEGUOTO TNG TTAPOVGaG EpYaciag. QoT060, Gg EMINESO YEVOLG
otnv vro-okoyéveln tov Lamioideae mopatnpeitat 1, £KTOG TV ditepTEVI®V, 01 GAAES SOUES
gtvat, emiong, yapaktnplotikoi ynuetota&vopkoi deikteg ota yévn Stachys L., Pogostemon L.,
Ballota L., Galeopsis L. ka1 Marrubium L. Xg eminedo vmo-otkoyévelng, to mapaywyo
VTOAOETIVIG, OAAG KO TO TAPAY®DYO 160GKOVTEAAAPEIVNG elvar peTaPfoAiteg mOv AmMOTEAOVV

yuetotagvopukoig deikteg (Meyre-Silva et al., 2010; Frezza et al., 2019).

Y perém tov Hanoglu et al. (2019) pekethnke 1 ynikn 60GTOON U TOMKOV KOl TOAMKOV

EKYLMOUATOV amd dyplovg TANOLGHODE Tov S. Cypria Kot KoToypaenKe 1 Topovcio Te6odpmv

169



QAABOVAOV, TEGGAPOV QOIVLAMBAVOEI®Y YAVKOCIOMV Kol VOGS YAVKOGION 1p1d0ed0vsg oTa
TOMKG EKYLMOUOTO. XYETIKG [E TNV TOVTOTOIMNON T®V PAABOVOEWBOV TAPAYDY®V, To OVO
EYYOUATO XOPOKTNPICTNKOY OO TNV TOPOVGia, KLPImg, TOpUydY®V 1G0GKOVTEAAAPEIVNG
(ovoieg 14-16), evd oto pebovoiikd ekyOMGHO HEYOADTEPO NTOV TO TOCOGTO TOPAYDYWOV
amyevivig (ovoieg 10-13). Qotoco, ot Hanoglu et al. (2019) avagépovv éva mapdywyo
1600KOVTEALOPETVIG Kal Tpia Tapdymya amtyevivng cuvolkd. H d1dkpion avtr Ba propovoe
va arrodoBel Oyt LOVO 610 YEYOVOG OTL TO PLTIKO VAIKO TNG TopovoNGg LEAETNG TPOEPYETOL OO
KOAMEPYELW, OAAG €MioNG KO OO TN OLPOPETIKN TOAIKOTNTO TV LITO HEAETN OEYHATOV

HETOED T®V 0VO LEAETOV.

Ymv kamnyopi TV QOVLAMOOVOEWD®OV YALKOGIOMV, O OKTEOGIONG €lval o KOPlog
devtepoyevic uetafolritng mov cuvavtdror oto Lamiaceae (Frezza et al., 2019). O axteociong
KOl 0 AEVKOCENTOGIONG A, mov PBpédnkav omn cvykekpiévn gpyocio, £xovv amopovemoet,
emiong, amo to €idn S. euboea Heldr. (Tomou et al., 2019), S. perfoliata L. subsp. perfoliata
(Charami et al., 2008; Chrysargyris et al., 2019b), S. scardica Gris. (Fraga, 2012; Todorova
and Trendafilova, 2014), S. lysia Boiss et. Heldr. (Fraga, 2012) kot S. raeseri Boiss et. Heldr.
(Petreska et al., 2011a), evd o AaPavtovAiporiociong éxel Ppebel ota €idn S. euboea Heldr.
(Tomou et al., 2019), S. perfoliata L. subsp. perfoliata (Charami et al., 2008; Chrysargyris et
al., 2019) ka1 S. lysia Boiss & Heldr (Fraga, 2012). Xtv gpyacio tov Hanoglu et al. (2019)
TAVTOTOMONKOV TEGGEPIS POVOANBOVOEIDEIC YAVKOGIOES: OKTEOGIONG, AEVKOGENTOGIONG A,
AafovtovMeorlociong kot Agovooiong A. ‘Emerta amd cOyKplon HE To ATOTEAEGLATO TNG
mapovoag epyoacioc, emPePoarmdnke n mwopovsio TOV OOV EUVOAUOOVOEIBDOV YAVKOGIODV
(ovoieg 18, 19, 20, 23), pe drapopd TV amopdvmon Tov Aapoiunosion (ovsia 21) and ta tpio
SAPOPETIKA EKYLAMGLOTO KO TV AmopOvmoT| Tov Aapiovsion B (ovsia 22) and to pebavorkd
eKyOMopa Tov eOAA®V. A&ilel va oyoMooTel 1 amoudvVOon TV V0 TEAELTOI®V, KOOMDC
TPOKETAL Y10, POVLAUOAVOEIDEIS YAVKOGIOES YOpOKTNPIOTIKOVG 6To Yévog Lamium L. xau,
oYeTIKA, OvoghpeTovg oto yévog Sideritis L. (Salehi et al.,, 2019). XZvykekpyéva, 0
Aopodpmooiong £xet omopovobel povo amd dvo €idn Sideritis Tov section Empedoclea: S.
germanicopolitana Bornm. kot S. trojana Bornm. (Kirmizibekmez et al., 2012; 2019), evo yuo
Tov Acpovcion B dev éxel Ppebel oyxetucn PipAoypapio oyetikd pe v mapovsio Tov 6TO
vévog. A& avaeopdg stvor, emiong, Kot n mwopovsio tov Aeovooion A, kabmg 610 YEVog
Sideritis éyel amopovmbei povo and to eidog S. trojana Bornm. (Kirmizibekmez et al., 2012).
O Aeovooidng A amotelel YopaKTNPIOTIKO dEVLTEPOYEVT UETAPOAITN TV S1POP®V EWDADV TOV

vévoug Leonurus L. (Pereira, 2013; Pitschmann et al., 2016), evod et Ppebei ko oe €idn mov
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AVIKOVV G€ YETOVIKG Yévn TG okoyévelog Lamiaceae, omwg Ajuga salicifolia (Ajugoideae),
kabmdg ko oto €idog Stachys lanata (Lamioideae) pe to cuvadvoud tov, otayvcociong B
(Akbay et al., 2003; Murata et al., 2008). X eninedo VTO-01KOYEVELNG, T 10N TOL YEVOLG
Marrubium L. yapaxmpilovtar omd v TOpOLGio 0KTEOGION, AEVKOGETTOGION A Kot

AoBavtoviiporiooion (Meyre-Silva et al., 2010).

Etvat onpavtikd va avapepbel 6t1 1660 ot 500 £yY0UATO, OGO Kol 6TO HEBOVOAKO eKyOMGLA,
0 KUPLOG EKTPOCMOTOG TNG KATNYOPIlOg T®V PO0Ed®V Ntav o peAttosiong (ovsia 1). Xto
ovykekpuévo section (Empedoclea) o peitrtosiong €xet Kataypapei oe apKeTd €101, OTMS S.
euboea Heldr. (Tomou et al., 2019), S. montana L. (Koleva et al., 2003; Fraga, 2012), S.
montana L. subsp. montana (Venditti et al., 2016a), S. germanicopolitana Bornm
(Kirmizibekmez et al., 2019), S. perfoliata L. subsp. perfoliata (Chrysargyris et al., 2019) kot
S. syriaca L. (Koleva et al., 2003; Fraga, 2012). O peAittooiong £xel tavtomombei Kot o€
apKeTa €idn tov yévovug Stachys L. (Tundis et al., 2014), evod amoteAei ynuetotaivouikod deiktm
v to yévog Melittis L. (Frezza et al., 2019). Xe pkpdtepn mocodtnTo 0mopovebnke to 8-emi-
Aoyavikd o&D (ovoia 3), To omoio €yel amopovwbei, emione, omd tov S. perfoliata subsp.
perfoliata (Chrysargyris et al., 2019). ITap’ 6Aa avtd, otnv epyocio tov Hanoglu et al. (2019)
01 GLYKEKPIEVOL PeTOPOATTES dev TawTomOoOMON KAV, EVD TawToTomONnKe povo to 7-O-akeTvro-
8-emi-hoyaviko o0& oy kotnyopia Twv 1pdoedmv. Evolapépov tapovcidlel, emiong, kot n
OATOLOVMGT] TOV YEVITOO131KOV 0&€0¢ amd 10 pebavolkd exyOMGHO TOV QOUAA®Y TOL GUTOV,
KaBmg oev €xel Ppedel mponyovuevn BiAoypaeia yio TNV mopovsio cvTov TOV HETABOAIT GTO
vévoc Sideritis. TIpdkertar Yoo o ovoio wOv  TAPOVGIALEL  OVTIPAEYLOVAOIELS Kot
avtwneptacikég 1010tnteg (Tanaka et al., 2016). Télog, and v Katnyopio. TV PLB0EWBOV
amopOVOONKE G€ TOAD HIKPT TOCOTNTO O aytovykooiong (ovoia 4), évac petafolritng mov
amotelel  yOPOKTNPIOTIKO  ynuetotalvopukd deiktn g  vmo-owkoyévelng Ajugoideae

(owoyéveln Lamiaceae) (Frezza et al., 2019b).

Oocov agopd ta @avolkd mapdywya Exel tapatnpndet 6t Exovv Ppebel oe pikpd apBuod oV
Sideritis ko, cuvnOwc, eivar Tapdywya KaPeikod kot poopapvikod o&eog (Frezza et al., 2019).
To yAwpoyevikd o&0 eivar, emiong, évog moAD ovyvog devtepoyevig HeTaPoAitng ota
Lamiaceae, motdco de pmopei vo OswpnBei ynuetota&vouikdc deiktng, Kobm TpoKeiTat yio
Ho SoUn TOL GLVAVTATOL EVPEMG 6TO PLTIKO Pacilelo (Frezza et al., 2019). v mapovoa
epyacio to YAwpoyevikd 0&d (ovoia 24) amopovddnke amd ta 600 yyvIOTH TOL HEAETHONKOV
Ko £xel TponyoLuévmg ovapepel o apretd €idn Sideritis (Armata et al., 2008; Samanidou
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et al., 2012; Goulas et al., 2014; Irakli et al., 2018; Tomou et al., 2019; Chrysargyris et al.,
2019a). Ao 10 pebavoAikd ekydAoUN TOV PUAL®V amopovebnkay, eriong, o evyevoio-p-D-
yYAvkomvpavocidng (ovcia 25) kat o feviuro-B-D-yAvkomvpavosiong (ovoia 26), ta onoio dev

Exovv avapepbel oe TponyovEVEG LEAETEG TOV YEVOUC.

BifAoypapikn avaokomnon tov dpacemY TMV OVGIHV TOL aropoveabnkay amd tov S. cypria

(PubMed, Reaxys, Google Scholar)

Ovoia Apaocerg

MelrtTooiong o¢ Bpebnie oyetikn PAoypapia

e Avaotol) LDL-o&eidmong (Tundis et al., 2008)

e Avrti-oykoyevetikn (Hsu et al., 1997; Tundis et al., 2008)
e Avaotol) pelovoyéveong (Dinda et al., 2011)
evimoo1d1kd 0&D o Avtipheypovaong (Carrillo-Ocampo et al., 2013)

e Koapdionpootatevtikny dpaon (Tundis et al., 2008)

e Koapdiayyelokn dpdon (Ghisalberti et al., 1998)

e Avtipvknrtoowkn (Dinda et al., 2011)

o Avtipleypovaong (Ghisalberti et al., 1998; Nan et al.,

8-em1 Moyavikd o&h
2016)

o Avtio&edotikn (Erukainure et al., 2014)
Ay100yKk0GidNg o Avtipleypovaong (Erukainure et al., 2014)
o Avtyukpopfuoxn (Bycroft & Payne, 2014)

o Avtio&edmtikn (Gonzalez-Burgos et al., 2013)
o Avtipleypovaong (Roy et al., 2019)

Aweoapoin

e Avocofvpuiotiky (Roy et al., 2019)

e Evtopoxtovog (Kilic et al., 2020)

e Avto&edotikn (Gonzalez-Burgos et al., 2013)
2100 -

e Kvrtoto&un (Kilic et al., 2020)
3-0KETVAO-AEVKAVOOAN og Ppébnke oyxeticn Proypapia

e Avti-ooteoapOpiricr (Kaur et al., 2011)
YTIyHOOTEPOAN e Avti-umepyoleoteporepikn (Kaur et al., 2011)

e Avtioykoyevetikn (Kaur et al., 2011)
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e Kvtoto&wn (Kaur et al., 2011)

e Ymoyhlvkoukn (Kaur et al., 2011)

e Avrtio&edotikn (Kaur et al., 2011)

e Avtipettara&loyovog (Kaur et al., 2011)

o Avtipleypovaong (Kaur et al., 2011; Zeb et al., 2017)

e Avtidapntikn (Zeb et al., 2017; Saeidnia et al., 2014)
o Avtipleypovaong (Saeidnia et al., 2014)

e Amnontotiky (Saeidnia et al., 2014)

¢ Ymoyoleoteporepkn (Saeidnia et al., 2014)

e Ayyeloyevetikn (Saeidnia et al., 2014)

e Avoiyntikn (Saeidnia et al., 2014)

9  f-ortocTtepOAn e AvocopvOuotiky (Saeidnia et al., 2014)
e Avrtio&edotikn (Loizou et al., 2010; Saeidnia et al.,
2014)
e Avtipuetala&loyovog (Saeidnia et al., 2014)
e Xnuelompootatevtikn (Saeidnia et al., 2014)
e AvrtiaOnpouartiky (Loizou et al., 2010)
e Nevponpootatevtikn (Saeidnia et al., 2014)
e Emayoyn ™mg anonTmong/ OVTI-0YKOYEVETIKY)/
avtikopkvikn opaon (Ali et al., 2017; Salehi et al., 2019b)
o Avrtio&edotikn (Ali et al., 2017)
o Avtipleypovarong (Ali et al., 2017)
10  Amyevivn e Avtidapntikn (Salehi et al., 2019b)
e [TiBavn dpdon katd g vooov Alzheimer, Parkinson o
¢ apvnoiog (Ali et al., 2017; Salehi et al., 2019b)
e [TiBavn dpdon kotd tng katdOAryng (Salehi et al., 2019b)
e AvocopuvOuotikn (Ali etal., 2017)
e Enayoyn ™mg OmOTTMOONG, OVTI-OYKOYEVETIK,
avtikapkwikny dpdon (Ali et al., 2017; Salehi et al., 2019b)
g | Amevworr-O-pb- o Avuotedoi (Ali et al., 2017)

YAVKOTLPAVOGIONG

o Avtipheypovoodng (Ali etal., 2017)
e Avtidapntikn (Salehi et al., 2019b)
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e ITiBavn dpdon katd g vooov Alzheimer, Parkinson kot
™ apvnoiog (Ali et al., 2017; Salehi et al., 2019b)

e ITiBavn dpaomn katd g katadiwyng (Salehi et al., 2019b)
e AvoocopvOuotikr (Ali et al., 2017)

Amyevivo-7-O-[4"-O-(E-7-

12 xovpopodro)]-B-D- o¢ Ppébnke oxetkn Pipioypapio
YAVKOTVPAVOGIONG
e Koapdionpootatevtikny dpdon in vivo ko in vitro (Feng et
al., 2018; Quan et al., 2019)
e Avrtioéeldmtikn (Zaabat et al., 2020)
Amyevivo-7-O-[6"-O-(E-7-
e NevpomPOsTATELTIKY] OPACT| EVOVTL IGYALLUIKOV
13 xovpapodro)]-B-D- _
gykepaAikov enetcodiov (Cai et al., 2016)
YAVKOTLPAVOGIONG
e Avtipuetarialoyovog (Zaabat et al., 2020)
e Avtidapntikn dpdon/Avactorn a-yAvkoowdacmv (Chang
etal., 2015)
Icookovtelapeivo-7-0O-[6"'-
O-axetvAo-B-D-
14
aAAomvupavocsvuro-(1—2)-B-
D-yAvkomupavosiong
4'-O-pebviro- . T
o Avtioéedotikny (Rios et al., 1991; Gabrieli et al., 2005;
1006KOVTEAAAPEIVO-7-O-[6™- .
Giiveng et al., 2010; Pereira et al., 2012)
15 O-axetvro-B-D-
e Kvtoto&ikn (Goniotaki et al., 2004)
aAAomvpavosvuro-(1—2)-B-
o Avtipleypovaong (Giiveng et al., 2010)
D-yAvkomupavosiong
e Avtdwpntikn (Sarian et al., 2017)
Isookovterlapeivo-7-O-[6"'-
O-aketvAio-B-D-
16  aAlomvpavoovro-(1—2)]-6"-
O-aketvAio-B-D-
YAVKOTLPAVOGIONG
4'-O-pebvro-vmoraetvo-7- o
o Avto&edotikn (Gabrielli et al., 2005)
O-[6"'-O-axetvAo-B-D- _
17 e Koard g ooteondpmwong (Dontas et al., 2011; Mencovic

aAiromvpovocvro-(1—2)-B-

D-yAvkomupavosiong

etal., 2013)
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18

Axte00610Ng

e Avrtwneptaocikn (Ahmad et al., 1995; Chen et al., 2012)

e Avrtioéedotikn (Jimenez et al., 1994; Kirmizibekmez et
al., 2012; Chen et al., 2012; Sgarbossa et al., 2012; Alipieva
etal., 2014)

o Avtipleypovaong (Sgarbossa et al., 2012; Alipieva et al.,
2014)

e Kvtompootatevtikn (Sgarbossa et al., 2012; Alipieva et
al., 2014)

e Nevponpootatevtiky dpdon (Alipieva et al., 2014)

19

Agvkocentooiong A

e Avtio&eldmtikn dpaon (Jimenez et al., 1994)

20

AaBavTovApoA10G1oNG

e Avtio&edotikn (Jimenez et al., 1994)

o Avtipleypovaong (Akcos et al., 1999)

e Yvupoin ot peiwon g mieong tov aipatog (Milkowska-
Leyck et al., 2002)

21

AQPOAUTOGTIONG

e Avtio&ewdotikn (Kirmizibekmez et al., 2012)

22

Aopovoione B

o¢ Bpebnie oyetikn PAoypapia

23

Agovooiong A

o¢ Bpébnie oyetikn PAoypapia

24

Xhopoyevikd 0&H

o Avrtio&edotikn (Tajik et al., 2017; Naveed et al., 2018;
Jallali et al., 2020)

e Avti-ukn (Chiang et al., 2002; Khan et al., 2005; Tamura
et al., 2006; Jallali et al., 2020)

o Avtipleypovoong (Tajik et al., 2017; Naveed et al.,
2018; Veljkovic et al., 2018; Jallali et al., 2020)

o AvtyukpopPoxn (Naveed et al., 2018)

e Avtdwpntiky (Meng et al., 2013; Tajik et al., 2017;
Naveed et al., 2018)

e Koartd g nayvoapkiog (Naveed et al., 2018)

e Avtyuvkntuoikn (Sung et al., 2010)

e Avtwreptactkn (Suzuki et al., 2002; Naveed et al.,
2018)

¢ Nevponpootatevtiky dpdon (Tajik et al., 2017; Veljkovic
et al., 2018)
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o Avrtkapkivikn (Tajik et al., 2017; Jallali et al., 2020)

e Ymoyhlvkopikog topayovtag (Meng et al., 2013)

¢ 'Evavti kapdayyslok®v tadncewv/Kapdtonpostatevtiky
dpaon (Meng et al., 2013; Tajik et al., 2017; Naveed et al.,
2018)

25

Evyevvio-B-D-

YAVKOTLUPAVOGIONG

dg Ppébnke oyxetikn Ppioypapia

26

Bevlvio-B-D-

YAVKOTLPAVOGIONG

o¢ Bpebnie oyetikn Proypapia
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Sideritis species are recognized as important medicinal plamts and their commercial
demand is coninuously on the rise both in the European and in the global market.
Consequently, the cultivation of Sidentis species has been occurred to successfully mest
the need for mass production of high-quality plant matenal. The present study was
undertaken in order to investigate the chemical composition of cultivated 5. cypria.
Infusions of flowers and leaves were prepared separately, according to the European
Medicine Agency (EMA) monograph. The infusion of the flowers revealed the presence of
four flavones, isoscutellarein-7-0-[6""-0-acetyl-B-D-allopyranosyl-(1 —2)--D-
glucopyranoside, its 4"-O-methyl-dervative, 4-0O-methyl-hypolaetin-7 -0-[6"-0O-acetyi-
p-D-allopyranosyl-(1 —2)-B-D-glucopyranoside, and isoscutellarein-7-0-[6"-0-acetyl-f-
D-allopyranosyl-{1 —2)]-6"-O-acetyl-f-D-glucopyranoside; four phenylethanoid
glucosides, acteoside, leucosceptoside A, lamalboside, and leonoside A; one iridoid,
medittoside, and one phenolic acid, chlorogenic acid, while the infusion of the leaves of the
same population afforded the same first two flavones; five phenylethanoid glucosides,
acteoside, leucosceptoside A, lavandulifolioside, leonoside A, and lamalboside;
mefittoside and chlorogenic acid. The structural elucidation of the isolated compounds
was undertaken by high-field NMR spectroscopy. Moreover, the essential gils of the
flowers and leaves were studied by GG-MS, sepamately. In addition, the mineral, bioactive
compounds, protein and carbohydrate contents were evaluated for both plant materials.

Keywords: Sidaritis oypvia, culivation, infusions, flowers, leaves, melitteside, leonoside A, lamalboside

INTRODUCTION

Sideritis spedes (Lamiaceae) have been used as traditional medidne herbs for thousands of years
(Gonzaler-Burgos et al, 201 1) and the last 30 years safe use (inchiding 15 years in the EU) with well-
defined posologies and mode of preparation (EMA, 3015). Nowadays, the infusion of Sideritis
scardica Griseh.; Sideritis clandesting (Bory & Chaub.) Hayek; Sideritis raeseri Boiss. & Hddr.; and
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