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e for which we pray that a patent may be granted to us, and the method by which it is
to be performed, to be particularly described in and by the following statement:— .
S " The present invention relates to certain new benzoylureido-diphenyl ethers, to a S
process for their preparation and to their use as insecticides.

It is already known that certain benzoylureas, such as, for example, N-(2,6-
dichlorobenzoyl) - N’ - (4 - chlorophenyl- and - 3,4 - dichlorophenyl) - urea, possess
insecticidal properties (see- German Oﬁenlegungsschnft (German Published Specifica- '

10 tion) 2,123,236). 10
. ; m’l‘:e present invention provxdes the benzoylurexdo-dxphmyl ethers of the general
orm
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in which _ _ : .
15 R! is fluorine, chlorine, bromine or methyl, S : 15
- - R? is hydrogen, fluorine or chlorine, T
R? is hydrogen or chlorine,
_ ‘R* is hydrogen, chlorine or methyl, _
¥ -20 ' R¢ is hydrogen or chlorine, and : : ' : i ' )
e . _ Re is mtro or tnﬂuoromethyl : : ' o o o ' 20

The oompounds of the formula (I) have been found to possess powett‘ul msecucxdal
propemes '
A preferred class of benzoylure:dodxphenyl ethers of the formula (I) are those in
which R* is chlorine or fluorine, R* is hydrogen, chlorine or fluorine, R3% R* and R*
. 25  are each hydrogen, and R® represents trifluoromethyl. 25
: Another preferred class of bmzoylureldodxphenyl cthers of the formula (I) are
those in which R! is chlorine, fluorine or methyl R? is hydrogen, chlorine or ﬂuorme,
R® is hydrogen or chlorine, R* is hydrogen, R is hydrogen or chlorine, and R® is nitro.
.~ A further preferred class of benzoylureidodiphenyl ethers of the formula (I) are
30 those in which R! is chlorme, fluorine or bromine, R? is hydrogen or fluorine, R¥is . ~ 30



process for their preparation and to their use as insecticides. It is
al ready known that certain benzoyl ureas, such as, for exanple, N-(2,6-
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in whxch formulas
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10 diluent or solvent, or-
(b) a 4-1socyanato-d1phenyl ether of the general formula

vy
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_ R* to R® have the above-mennoned meamngs, xf appropnane in d:e presence of a
dxluent or solvent.
. Surprisingly, the benzoylureldo-dxphenyl ethers according to. the mvennon have a
: ‘substantially better insecticidal action than the nearest compounds of analogous struc- .
20 ture and of the same type of action previously known’ from - the 'state of the art. The
oompounds according to the invention thus represent a genuine enrichment of the art.
. If; using process variant (a),.4 - (2’ - chloro - 4 - mﬂuoromethylphenoxy)—
amlme and 2 - chlorobenzoylisocyanate are used as starting ‘materials. and, using process -
variant (b), 4 - (2’ - chloro - 4’ - trifluoromethyl - phenoxy) - phmyhsocyanate and .
25 2,6 - difluorobenzamide are used as starting matenals, the course of the reacnons can
be represented by the followmg equauons L : :
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A further preferred class of benzoyl urei dodi phenyl ethers of the formula
(1) are those in which [err] is chlorine, fluorine or bromne, [err] is
hydrogen or fluorine, [err] is 30 2

1, 460, 419 2 hydrogen, [err] is nethyl
or chlorine, [err] is hydrogen and [err] represents nitro. The present
invention also provides a process: for the preparation of a benzoyl -

ur ei dodi phenyl ether of the fornula (I) in which (a) a phenoxyaniline of
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N 5 The bmzoylxsocyanatcs (III) to be used as starting | matenals are known from the S

hterature and can be prepared according to generally customary processes (see A ]
Spezlale et al., J. Org, Chem. 30 é‘eZ), pages 4306—4307 (1965)). - _
o ,6-D1ﬂuorobenzarmde and other ‘benzamides (V) are known and can be
prepared according to generally customary processes (see Beilsteins Handbuch der
10 organischen Chemie (Beilstein’s Handbook of Organic Chemistry), volume 9, page 10
336). The phenoxyanilines (II) can be prepared according to generally customary
processes, for éxample from alkali metal aminophenolates and 1,2-dichloro-4-triffuoro-
methylbenzene or aromatic nitrohalogeno compounds such as 1,2-dichloro-4-trifiuoro-
15 in a solvent, for example dimethylsulphoxide (see also Jiirgen Schramm et al., Justus
g Liebigs Annalen der Chemie 1970, 740, 169—179). The amino group. can be converted 15
' inta the isocyanate group in accordance with generally customary processes, for example :
by -reaction with phosgene, whcreby the 4-1socyanatod1phenyl ethers of the general
formula (IV) are obtained, -
: The following may be mentioned as examples of the benzoylisocyanates (III) and
20  benzamides (V) to be reacted in accordance with the process: 2-chloro-, 2-fluoro-, 2- 20
: . bromo-, 2,6-dichloro- or 2,6- dlﬂuoro-bcnzoylxsocyanate, and 2-chloro- 2-fluoro-, 2-
btomo-, 2,6-d1chloro- or 2, -dlﬁuoro-benzamlde
_ : . The following may be mentioned as examples of the phenoxyanilines (II) and
-4 -:isocyanato - dnphtmyl ethers (IV) to be reacted in accordance with the process:
25 3 - chloro -4 - (2’ - chloro. - 4/ - nitro - phenoxy) - aniline, 3,5 - dichloro - 4 - (2’ 25
o chloro -.4’ - nitro - phenoxy) -.aniline and 4 - (2’ - chloro - 4’ - nitro - phenoxy)-
o - aniline, and 2,6 - dichloro - 4 - isocyanato - 2’ - chloro - 4’ - nitro - dlphenyl ether;
£ - .2 chloro -4 - isocyanato ~ 2’ - chloro - 4’ - nm'o dlphcnyl ether’ and 4 - xsocyanato- '
. 2~ chloro - 4 - nitro - diphenyl ether. - " .
. - 30 . The process for. the preparation-of the benzoylurendodlphenyl ethers accordmg o 30
- the invention is: preferably carried out in the presence of an inert organic solvent or o
' diluent. Preferred inert organic solvents that can be used for this purpose are aliphatic
-and, aromatic, optionally chlorinated hydrocarbons, such as benzene, -toluene, xylene,
benzine, methylene chloride, chlorofoimi, carbon tetrachloride and chlorobenzene; ethers, _
35 - for example diethyl ether, dibutyl ether and dioxane; ketones, for example acetone, 35
methyl ethyl ketone, methyl isopropyl ketone and methyl isobutyl ketone; and nitriles
such as acetonitrile and benzonitrile.
The reaction temperature can be varied w1thm a fairly wide range. In general, the
reaction is carried out at between 0° and 120°C, preferably at 70° to 85°C,



di luent or solvent. Surprisingly, the benzoylureido-diphenyl ethers
according to the invention have a substantially better insecticidal action
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15 For this reason, the compounds according to the invention can be employed 15
successfully in plant protection as pesticides against biting and sucking insects.
~To the sucking insects there belong, in: the main, aphids (Aplididae) such as the
green peach aphid (Myzus persicae), the bean aphid  (Doralis fabae), the bird cherry
aphid (Rhopalosiphum padi), the pea aphid (Macrosiphum pisi) and the potato aphid N
20 (Macrosiphum_solanifolii), the currant gall aphid (Cryptomysus korschelti), the rosy 20
apple aphid (Sappaphis mali), the mealy plum aphid (Hyalopterus arundinis) and the
cherry black-fly (Myzus cerasi); in addition, scales and mealybugs (Coccina), for
example the oleander scale (Aspidiotus hederae) and the soft scale (Lecanium
hesperidum) as well as: the. grape miealybug “(Pseudococcus maritimus); thrips
25 (T hysanoptera), such as Hercinothrips femoralis, and bugs, for example the beet bug 25
(Piesma quadrata), the red cotton bug (Dysdercus intermedius), the bed bug (Cimex
lectularius), the assassin bug (Rkiodnius prolixus) and Chagas’ bug (Triatoma infestans)

and, further, cicadas, such as Euscelis bilobatus and- Nephotettix bipunctatus. ; .
' ~ " In the case of the biting insects, above all there should be mentioned butterfly and :
30 moth caterpillars’ (Lepidoptera) -such as the diamond-back moth (Plutella_maculi- 30
 pennis), the gipsy moth ‘(Lymantria dispar), the brown-il moth (Euproctis
chrysorrhoea) and tent caterpillar (Malacosoma neustria) ; further, the cabbage moth -
(Mamestra brassicae) and the cutworm (Agrotis segetim), the large white butterfly
(Pieris brassicae), the small ‘winter moth (Cheimatobia brumata), the green oak tortrix y
35 moth (Tortrix viridana), the fall armyworm (Laphygma frugiperda) and cotton worm 35
(Prodenia. litura), the ermine moth (Hyponomeuta padells), the Mediterranean flour
moth (Ephestia kiihniella) and greater. wax moth (Galleria mellonella).. = .
"~ Also to be classed with the biting insects are beetles (Coleoptera), for example the
granary weevil (Sitophilus  gramarius = Calandra granaria), the Colorado begtle L
40 (Leptinotarsa’ decemlineata), the. dock -beetle '(Gastrophysa -viridula), the -mustard 40
beetle (Phaedon cochleariae), the blossom beetle (Meligethes - aeneus), the raspberry
beetle (Byturus tomentosus), the bean weevil (Bruckhidius = Acanthoscelides obtectys),
the leather beetle (Dermestes frischi), the khapra beetle (Trogoderma granarium),
. the flour beetle (Triboliuin castaneum), the northern corn’ billbug (Calandra or Sito-
45 philus zeamais), the drugstore beetle (Stegobium paniceum), the yellow mealworm 45
(Tenebrio molitor) and the saw-toothed grain beetle . (Oryzaephilus surinamensis), but
also species living in the soil, for example wireworms (Agriotes. spec.) and larvae of
_ “the. cockchafer (Melolontha melolontha); cockroaches, such as the. German cockroach
S en (Blattella germanica), Ametican cockroach (Periplaneta americana), Madeira cock- :
50 roach (Leucophaea or Rhyparobia maderae), oriental cockroach (Blatta orientalis), the . 50
: ~ giant cockroach (Blaberus giganteus) and the black giant cockroach (Blaberus fuscus)
as well as Henschoutedenia flexivitta; further, Orthoptera, for example the house cricket

(Gryllis domesticus) ; termites such as the eastern subterrancan termite (Reticulitermes
flavipes) and Hymenoptera such as.ants, for example the garden ant (Lasius niger). . _
: 55'_- o "The Diptera comprises essentially -the flies, such.as_the. vinegar. fly - (Drosophila 55
- melanogaster), the Mediterranean fruit fly (Ceratitis capitata), the house fly (Musca
.doinestica), the litde house. fly. (Fannia canicularis), the black. blow fly (Phormia
regina) and blucbottle fly (Calliphora -erythrocephala) as well ‘as the stable fly
" 60 (Stomoxys calcitrans) ; further gnats, for example mosquitoes. such as the yellow fever _
mosquito- (Aédes. aegypti), the northern house mosquito (Culex pipiens) and the 60
malaria mosquito (Anopheles stephensi). S T .
. When applied against pests harmful to health and pests of stored products,
particularly. flies and mosquitoes, the process products are also distinguished by an -




processes, for exanple fromal kali metal am nophenol ates and
1,2-dichloro-4-trifluoro- nethyl benzene or aromatic nitrohal ogeno conpounds
such as 1, 2-dichloro-4-trifluoro- 15 in a solvent, for exanple

di et hyl sul phoxi de (see al so Jurgen Schramm et al., Justus Liebigs Annal en
der Chem e 1970, 740, 169-179). The am no group can be converted 15 into
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By liquefied gaseous diluents or carriers are meant liquids which would be gaseous
= 25 at normal temperatures and pressures, for example aerosol propellants, such as hale- =~ 25
genated hydrocarbons, for example Freon (trade mark).
As solid diluents or carriers, there are preferably used ground natural minerals,
o such as kaolins, clays, talc, chalk, quartz, attapulgite, montmorillonite or diatomaceous
” es;rth, or ground synthetic minerals, such as highly-dispersed silicic acid, alumina or
silicates, _ L .
: Preferred examples of emulsifying and foam-forming agents include non-ionic and
- anionic emulsifiers, such as polyoxyethylene-fatty "acid esters, -polyoxyethylene-fatty
alcohol ethers, for example alkylarylpolyglycol ethers, alkyl sulphonates, alkyl sulphates
- and aryl sulphonates as well as albumin hydrolyzation products; and preferred ex- '
35 amples of dispersing agents include lignin sulphite waste liquors and methyl cellulose. 35
“The active compounds according to the invention can be present in the formula-
tions as a mixture with other active compounds. ’
The formulations in general contain from 0.1 to 95 per cent by weight of active
compound, preferably from 0.5 to 90 per cent.

30

4 The active compounds can be employed as such, in the form of their formulations 40
or as the use forms prepared therefrom. They may be used in the customary manner,
. . for example by squirting, spraying, atomising, dusting, scattering, fumigating, gassing,

w watering, dressing or encrusting.
: - The_ active compound concentrations in the ready-to-use preparations can be
45 varied within fairly wide ranges. In general they are between 0.0001 and 10%, pre- 45
' ferably between 0.01 and 1%,, by weight, '
The active compounds can also be used with good success in the ultra-low-volume
(ULV) method where it is possible to apply formulations of up to 95%, strength or
even to use the active compound by itself.
- The present invention also provides an insecticidal composition containing as active 50
. ingredient 2 compound of the present invention in admixture with a solid or liquefied
. - . gaseous diluent or carrier or in admixture with a liquid diluent or carrier containing a
- : surface-active agent, : S . :
55 The present invention also provides a method of combating insects which com- -
_ prises applying to the insects ‘or an insect habitat a compound of the present invention 55 .
€ - alone or in the form of a composition containing as active ingredient a compounid of :
' the present invention in admixture with a diluent or carrier. .
The present invention further provides crops protected from damage by insects
-by being grown in areas in which immediately prior to and/or during the time of the
60 growing a compound of the present invention was applied alone or in admixture with 60
a diluent or carrier. It will be scen that the usual methods of providing a harvested
crop may be improved by the present invention.
- The insecticidal activity of the compounds of the present invention is illustrated
"by the following biotest Examples, B :
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15 For this reason, the conpounds according to the invention can
be enpl oyed 15 successfully in plant protection as pesticides

agai nst biting and sucking insects. To the sucking insects there belong, in
the mai n, aphids (Aphididae) such as the green peach aphid (M/zus '
persicae), the bean aphid (Doralis fabae), the bird cherry aphid
(RhopaI05|phun1pad|) t he pea aphid (thr05|phun1p|5|) and the potato aphid
20 (thr05|phuntsolanlfolll) the currant gall aphid (Cryptonyzus
korschel t7 ), the rosy 20 apple aphhayﬁ§appaph|s mal i), the nealy plum '
aphi d (Hyatop Freh : . =ty egSt) ; in
addi tion, scales and nealybugs (CDCC|na) for exanple t he oleander scal e
(Aspldlotus hedera:ﬁ and the soft scale (Lecanlunthesperldun) as well  as

t he grape™~neal ybug éP$eudococcus maritimnus); thrips 25

( Thysanoptera), su s Hercinothrips fenoralis, and bugs for exanple t he
beet bug 25 (Piesn m'Uadrata) the red cotton bug (Dysder cus i nt er nedi us),
t he bed bug (.G nmex . tul arius), the assassin bug (Rhodnius prolixus) and
Chagas' bug (Triat %FDI nfestans) and, further, cicadas, such as Euscelis
bi | obat us and hbph tix bipunctatus. In the case of the biting I nsects,
above all there shog bg.geENti onedolinterfly and38 th -
caterpillars (Lepidg er®® such as £fdi anond- bk noth—é% utel la macul i -
30 pennis), the gip noth (Lymantria dispar), the brown-tail noth
(Euproctis chrysorr a) and tent caterpillar (Ml acosoma neustria);
further, the cabbage th (Manmestra brassicae) and the cutworm ‘(Agrotis
segetun), the | arge ite butterfly (Pieris brassicae), the small w nter
not h (Chei mat obia brurpata), the green oak tortrix 35 . nmoth (Tortrix .
viridana), the fall agnmyworm (Laphygma frugi perda) and cotton worm 35
(Prodenia litura), thed erm ne noth (Hypononeuta padella), the Mediterranean

flour noth (Ephestla ihmella) and greater. wax noth (Galleria
nellonella) _ : o
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Also to be classed with the biting insects are beetles (Col eoptera), for
exanpl e the granary weevil (Sitophilus granarius = Calandra granaria), the
Col orado beetle (Leptinotarsa decem ineata), the dock beetle (Gastrophysa
viritdura), the-mustard 40 beetle (Phaedon cochleariae), the bl ossom beetle
(Mel i get hes aeneus), the raspberry beetle (Byturus tonentosus), the bean
weevi | (Bruchi'dius - = Acanthoscel i des obtectus), the |eather beetle .
(Dermestes frischi), the khapra beetl e (Trogoderma granarium, the flour
beetl e (Trgbollun1castaneun) t he norx4se#1® corn bill bug CCaIandra or8Sito-
yellom/nealmorn1 (Tenebrlo nnlltor) and the sawt oot hed graln
beetle (O yzaephilus §hr|nanen3|s) but al so species living in the g;rl

for exanple w reworms XBoriotes spec.) and | arvae of the cockchafer
(Mel ol ont ha nel ol ont ha)d} cockroaches, such as the German cockroach
(Blattella gernmani ca) gafjneri can cockroach (Peripl aneta 'anerlcana) Madei r a
cock- roach (Leucophafasjor Rh@®@gobi a SB@rae), SBiZnt al 8&8kroach (Blatta -
orientalis), the 50 Lnt cockroach (*Bfaberus gtgant eus) 7ahd the bl ack "
gi ant cockroach (Blabewgs fuscus) as well as Henschoutedenia flexivitta;
further, Othoptera, #o# exanple the house cricket (Gyllus donesticus);
ternmites such as the goglt ern subterranean ternmite (Reticuliternes flavipes)
and Hynmenoptera such as fants, for exanpl e the garden ant (Lasius niger). 55
The Di ptera conprises e sentially the flies, such as the vinegar fly
(Drosophila 55 nelanoggster), the Mediterranean fruit fly (Ceratitis
capitata), the house fIW (Misca donestica), the little house. fly. (Fannia
canicularis), the bl agkgibl ow fly (Phorm a regina) and bl uebottle fly
(Cailiphora erythrocegngdl a) as well as the stable fly (Stonoxys

calcitrans); further @#ts, for exanple npbsquitoes such as {he yellow fever.

*

60 mosqgi t o (Ae aegypt+§ t he ggthern hgtge m)s_(glgto ( Cul ex
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mal ari a nosquito (Anophel es stephens). Wen applied agai nst pests harnfu
to health and pests of stored products, particularly flies and nosquitoes,
t he process products are al so distinguished by an 5

1, 460, 419 5 out standi ng residua
act|V|ty on wood and clay, as well as a good stability to alkali on |ined
substrates. The active conpounds can be converted to the custonmary
formul ati ons, such as- sofutiohs, enulsions, wettable powders, suspensi:ons,
pomders,gdustlng agents, foans 5 _ 1,460419@St €S, sol ubl e pomders gré ul'es,
aer osol. . rs,
natural and synthetlc material s |npregnated with active: conpound very fine
capsul es”in polyneric substances and in coating conp03|t|ons for use on
seed, and?f or mul at i used wi th burning equipnent, such:as fumnigating
cartridges fum gat 4 jing cans or fumigating coils, as well..as ULV~

(ultra-1 ow vol une) d-m st and warm 10 m st formilations;

10 These fornulatloq$vare produced in known manner, for- -exanpl e by ﬁlXIng
the active conpound® i th extenders, that is, uid or SO|Id or liquefied
gaseous diluents or cirrier838pti on@88 Wi th. t%%&se 83 f ace- acti ve
agents, that is, emﬂ§| fyi ng agent s and/for di spersing agents and/ or

f oam f or m ng agents“’ﬁn the case of the use of water as an. extender,
organi c sol vents cad; or exanple al so be used as aUX|I|ary solvents. 15
As liquid diluents @Harriers, there are preferably used aromatic

hydr ocar bons,, . s '
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such as xyl enes, toluene, benzene or al kyl naphthal enes, chlorinated
aromati c or aliphatic hydrocarbons, such as chl orobenzenes, chl oroethyl enes
or nethylene chloride, aliphatic or_alicyclic hydrocarbons, such as
cycl'ohexane or paraffins, for exanple mineral oil 20 fractions,

al cohol s, such as butanol or glycol as well as their ethers and esters,

ket ones,. 20 such as acetone, methyl ethyl ket one, nethyl isobutyl ketone
or cycl ohexanone, or strongly polar solvents, such as dinethyl formam de,

di nethyl sl phoxide or acetonitril e, 1,4&41%I | as water. By quuefledlbaseous

diluents OF carrrers are meant 11qui ds. whi ch.woul d be gaseous 25 - - - at
normal tenperatures8ahd pressures, for exanple aerosol propellants, such as
hal o- 25 genated hgdyocarbons, for exanple Freon (trade mark). As sdlid

diluents or carrier
such as kaolins; cl
or di at omaceous ear$
hi ghl y-di spersed siPi
30 Preferred exanpl@g
non-ioni c and ani ong:
esters, polyoxyethyﬁ

SAthere are preferably used ground_natural-nlne al s,

, talc, chalk, quartz, attapulgite,:nmontnorillonite ’
or ground synthetlc m neral s, such:as

ic acid, alumina or 30 S|I|cates

of enuhsifyib and fo&nbfornb gage pncl-ude

emufsEiers, 288h "asfor yoxy8%I en§ ty' aci d
e-fatty al cohol ethers, for exanple

aIkyIaryIponegcohg hers, al kyl - sulphonates al kyl sul phates and aryl

sul phonates as wel | albunln hydrol yzati on products; and preferred ex- 35

anpl es of dispersing fgents include lignin sul phite waste'liquors and.

met hyl cellul ose. 35]The active conpounds according to. the invention can

be present in the forgula- tions as a mxture with other active conpounds.

The formulations in neral contain fromO0.1 to 95 per cent by melght of

active conpound, pre rably from0.5 to 90 per cent.
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The active conpounds can be enpl oyed as such, in the formof their
formulations 40 or as the use forns prepared therefrom They nay be used
in the customary manner, for exanple by squirting, spraying, atom sing,
dusting, scattering, fum gating, gassing, watering, dressing or encrusting.
The active conpound concentrations in the ready-to-use preparations can be
45 varied within fairly wide ranges. In general they are between
0.0001 and 10% pre- 45 ferably between 0.01 and 1% by weight. The active
-conpounds_can_al so Be used with gb®84Buccess in the ultra-|ow vollme (ULV)

met hod where it 1s posSiblée tao ap pieo!grrul ations of up to 95%strength or
-even to use Ldphygaatrisye corrpound by i1tself. The present invention al so
“provi deU Sabswct | Scpadeaby veighyod dimeihglforrgamnideai ni ng as active 50 ingredient a

“conpoung of- Mé;:{pfe B‘FﬂbYWﬁ%@ﬁH“ﬁ'Mla‘ﬂHé’ﬁﬁli@ﬂre th a sql.id i quefied
gaseous” di | uggie Q% f%mm&&ént ord carrier
-cont ai ni ng aof%ﬂufsm&eanaeiew@e@@ﬁ%s with waterto QesitéC&RdRAraib/ et i on al so
“provides a net k@mtoroleamrﬂﬁemm kingten) wemispmyed the prepasatiom pbthgi ng to 't he

i isect ggor - a‘h’" ‘mQStGGW%WG#CSFﬁE‘bP%EW?fﬁWQ‘on 5 al one
. 30

‘or in the fof *oqu.g,@tmm%ae oq{uayseténﬂgsoe%@ﬁt a tonpound
-of the preseﬁaans auem Raterillard GG Bdeh! kifted)! indRitks @it doahteds-er . The

pr esent |nventlardndbmkxh®r prOV| des crops_protected from damage by insects

by bei g gr own ﬂeg&; %maf gpg"ﬁi’w » BHEEMFIOALr i ng 't he
time of the BO° 5" e present |nvent| on was applied
alone or in admi xture with 60 a diluent or carrier. It"will be seen that

the usual nethods of provi d| ng a harvested crop nmay be lrrproved by the
present invention.



The insecticidal activity of the conpounds of the present invention is

illustrated by the foll ow ng biotest Exanples. 6

1, 460, 419 6 Exanple A Plutella test
Solvent: : 3 parts by weight of dinethylformamide Emulsifier: 1 part by
wei ght of al kylaryl polyglycol ether 5 ~ To produce a suitable

preparation of ractive conpound, 1 part by wei'ght of the 5 active conpound
was nmixed with the stated anmount of sol vent conta1n|ng t he stated anmount of
enul sifier #hd the concentrate was dlhwmmmmmtklmater to the desired gpn--
centration. Cabbage |eaves (Brassica oleracea) were Sprayed wrirthe
preparatlon of .the active conpound until dew noi st and were then |nfested
with caterpillars of the dia- .10 nond-back noth (PIuteIIa nacullpquys)
After the specified geriods of time, the degree of desti-uction was
deternined as a percgn}age: :100% means. that al'l .the caterplllars wer e
Killed . whereas 0% méaap that none. of the caterplllars were-killed. The

active’ conpoundstftqég oncentrations:-of the active-conpounds;: the o
eval uation 15 tlnbsgasd-the~resu+ts can be seen froq1thejfolromjng table::’
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11 1, 460, 419

11 Exanple B. Laphygma test Solvent: 3 parts by wei ght of

dinmethyl formam de Enmulsifier: 1 part by weight of al kylaryl polyglycol
ether 5 To produce a suitable preparation of active conpound, 1
part by weight of the 5 active conpound was nmixed with the stated anount
of sol vent and the stated anount of enulsifirer and the concentrate was
diluted with water to the desired concentration.. Cotton | eaves (Gossypium
hi rsutum 14/\/ere sprayed W|th the prepﬁ;@ymn of the actlve corrpound qmtll

dew noi s - _ . ot h
(Ldphygma exig Example C. '

10 |After the s%ﬁfﬁ]’é}i‘m & destruction in %vvas

detler mi ned. 10Bxuamans T Tofﬁgﬁqqg‘nﬂymkﬁars had been killed, whjr eas
0%li ndi ca? es thatTcnprodxm e rsuitable ,eljparfre:bewam r;gtdlecorrpwnds !
t hé concent rat reiivesc w 0 ti mes and
thd results c 22 ‘;xﬁﬁﬁg’“‘feb t‘b\‘fﬂsgm% wamm;’gw - 15
12, ' Cabba lants (Brassick M%&u rayed with the prepamtzon of the 12
[erir] 10 active comg:mgd unul<dnppmg wet and were thg mfested wu:h mustard beetlc larvae 10 :

| " (Phaedon cochlearze(?

: After the specified periods of time, the degree of destruct:on was demmmed in

; o - %: 100% means that all beetle larvac had been killed, whereas 0%, means that none

: 15 of the beetle larvae had been killed. - o
The active compounds, the concentrations of the active compounds, the evaluanon 15

times and the results can be seen from the following table:



13 1,460, 419 [err] 14

1, 460, 419 14 Exanpl e C. Phaedon | arvae
test Solvent: 3 parts by weight of dinethylformam de Emulsifier:" | part
by wei ght of al kylaryl polyglycol ether 5 To produce a suitable

preparation of active conmpound, 1 part by weight of the 5 active conpound
was m xed -with the stated anmount of sol vent containing the stated anopunt of
emul sifier and the concentrate-was diluted with water to the desired :
concen- gratl on. Cabbage pI ants (Bia&%;a oI racea) _were spr ayed_v\isth t he
pr epar at-or-—ef ' = grre-wer e t hen
infested with rrustard beetle Iarvae 10 (Phaedon cochl ear. ae) After the
speci fied periodsgfy tinme, the degree of destruction was determned in %
100% rreah§ that alj Joeetle | arvae had been killed, whereas 0% neans t hat

none of the beet!| § Lar vae had been killed. 15 ' . The active
conpounds, ‘the COMc ntrations - of the active conpounds, the eval uation 15
times and the reslﬁ can be seen fromthe fol |l ow ng tabre
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15 1, 460, 419 [err] 16

1, 460, 419 16 [err] 17
1, 460, 419 17 After cooling, the product

whi ch had precipitated was filtered off and washed first with toluene and
then with petroleumether. Afterdrying, 6.6 g (70% of theory) of

analytically pure 2 - chloro - 4 - trifluoronethyl - 4 - [N- (N - (o -

chIorobenzgyJ) )- ureido]-diphenyl ether of nelting peint [err] were

obt ai ned. 56 o © 1460419 . Exanple 2. F [err] A
FroT FSeey anate—in20 M of

sol ution of"3ﬁ7_g'(0.02 hDPe)Vorfz;b-aiifuurubcnzuyLIJuv,g
t ol uene was added_dqopwi se at [err] to a solution of.5.8 g.(0.02 nole) of

4- (2'-chloro- '§ 2,
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4' - trifluoronethyl phenoxy) - aniline in 100 m of toluene. The batch was
stirred for 1 hour at [err]. The substance which separated out was filtered
off after cooling the 10 reaction mxture to [err] and was washed with

tol uene and petrol eumether. After drying, 8 g (95% of theory) of 2 -
chloro - 4 - trifluoronethyl - 4 - [N- (N - (2,6- difluorobenzoyl)) -
urei do] - diphenyl ether of nelting.point [err] were obtained. Exanple 3.
[err] Using an anal ogous procedure to that -described under Exanples 1 and
2, 2- chloro - 4 - trifluoronethyl - 4" - [N- (N -(2,6 - o
di chl or obedzoyl)) .- ureido] - di- phemyéodas her was obtained i.n a yi e1-7d of

' od, weied firson of 2. 8- g

Q B " " 1 = N B ] - \v)
EXQ,_ :8{0_ EO}c et 2%9" .y1 ﬁﬂ&d o&%&é:' i p@du&lgﬁchp&hrgma%;méde;v;as]z@ red roff| a
anp \fl with: t_olume and thén: with petroleum .ether. After: drving. 6 -g%‘y %ﬁ 1S adi
(0. 015 m)|!.e.fis;ofanwueaugbﬁzeeobﬂmomahm%ﬁaﬂyﬁgﬁm P D-Cﬂog: W@fvas addEd’ ]
: ro - = .

dropwi se at ' [ enfejdo}-dipieny] eshérobthBlting ot} 132PC Werb obaifit, a: 7" - chloro) -
4' - nitr®phenoxy) - aniline in 50 nl - of toluene. The .batch was stirred for’

25 1 hour at [err]. After cool i Fgmele #e product whi ch had preci pi §at ed
was filtered off and 25 wag washed first with toluene and then with
petrol eum ether. After dryjng; 6.5 g (84%of -theory) of analytically pure

o) ot S RPN RN (5 e

chl orobenzol)) - ureidod
obtai ned. Exanple 5. [err] F
: . - A solution of 3.7 g i(OOZ.molé) of 2,6-difluorobenzoyli Lo
P . -~ SO 3
S ‘t‘elu_ene'ﬂwas added dropwise at: 80°C.to a solution of.5.8 g (0.%2 mcoylzl;a :;’ f(fgm
10) 7 1 hour ot sometbylphenoxy) - aniline in 100 ml of toluene, The batch was:stirred for .
IR ur at 80°C. The substance which separited out was filtered off. after cooling the 10
L drymg,nsmmf to 20°C-and: was washed with toluene and petroleum ether. After S
0 iSO of theory) of 2 - chloro - 4 - rifluoromethyl - 47~ [N < (W' - (26. . 1.
«+ 7 difluorobenzoyl))' - ureido] -. diphenyl ether of melting point 187°C were obtained. - - .| - .

- Example 3. :
' 15 o | 5
,. CO-NH-CO-NH-@-O Crg 3) 18
a4 "
~ Using an .analogous procedure to that described nple ' :
L : : ) : -under Examples 1 -
o b Tiluoromethyl - 47 - [N - (N’ . (26.- dichlorobenzoyl)) - ureido] - dt. . . | |

phenyl s in a yield of 89%, of theory, and with a melting point of

Example 4. ' o | .20

a d

A solution of 2.8 g (0.015 mole) of 2 - chlorobenzoylisocyanate in 10 1
, L -;; tt:.iallm wa's -adc!ed dropwise at' SQ"_C to 5 g (0.015 mole) ofy?a,s - dichlorlg -12 -ml(z(’)f
s g h<:)!'o -4 = nitrophenoxy) - aniline in 50 ml of toluene. The batch was stirred for =~~~
Lo 27 2 howr at 80°C, After cooling;. the product which had precipitated was filtered off and. 25
ST s washed first with toluene and then: with petroleum ether. After drying, 6.5 g (84%; o
L -, O theory) of analytically pure 2 - chloro - 4 - nitro - 2,6’ - dichloro - 47 - [N - (N
' . "{o* chlorobenzoyl) ) - ureido] - diphenyl ether of melting point 221°C were obtained.

Example 5.
CHg

- _ 0O -NH-00 ~NH -Q—N_oz- . 2
R | a |



18 1, 460, 419

18 A solution of 3.25 g (0.02 nole) of 2 - nethyl - benzoylisocyanate in 20
m of toluene was added dropwi se at 80C to a solution of. 6.0 g (0.02 nol e)
of 3 - chloro- 4 - (2" - chloro - 47 - nitrophenoxy) - aniline in 80 m of

toluene. The batch was stirred for 1 hour at 80C. The subst'ance .-which
separated out was filtered off after 5 ., cooling the reaction m xture
to 20C and was washed with tol uene and petrol eum . 5 ether. After

drying, 8 g (87%of theory) of 2 - chloro - 4 - nitro - .2" - chloro -

4|

[N-- (N -1s(0 - methyl benzoyl )). - ur: empl]lg- di pheny1 et her of nel t| @g poi nt

[err] wereobtarned

met hods anal ogoqs&%‘@mge’ %@&QZM) of 2 2

wyl'- benzo

10° 19 dropwise at a .0 g (0.02 mole) of 3 -.chloro-
- (2! --chloro ~ 4’ - nitrophenoxy): ﬁ ‘ml of ‘toluene. The batch .was
19 [err] 20 stxrred for 1 hour at 80°C. The subatance which. separated ‘out was filtered. off ‘after

1, 460, 4195[ er r Jcooling the reaction mixture to 20°C and was washed with toluene and petroleum
ether. After drying, 8 g (879, of theory) of 2 - chioro - 4 - nitro - 2’ - chloro - 4'-
[N (N’ - (o - methylbenzoyl)) - ureido] - diphenyl ether of melting pomt 220°C

were obtained.

10 above.

U J
ylispayanate in 20ml of

The following oompounds were obmmed by methods analogous to those descnbed .

10



21 1, 460, 419

21 Exanple 14. F [err] A solution of 3.7 g (0.02 nole) of 2,6 -

di fl uorobenzoyl i socyanate in 20 m of toluene was added dropw se at [err]
to a solution of 5.6 g (0.02 nole) of 4 - (2'- 5 chloro - 4
ni trophenoxy) - 2 - nmethylaniline in 100 m of toluene. The batch was 5
stirred for 1 hour at [err]. The substance which separated out was filtered
off after cooling the reactiaqn mxture to [err] 'and was washed w th tol uene
and petroleumether.: After drying, 7 g (75% of theory) of 2 - chloro - 4 -
nitro - 39 - nethyl - 4’-‘[N - (N 1480419- difluorobenzoyl))z-.urehdo] -

di phenyl—etter—of—mertTng-pornt_[err] 10 Were optar ned. -

10 The fol ownng conpounds were obtained by using an analogous procedure to
that desbb bed |n Exanple 13 or 14 1, 460, 419 22 00
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[err] 23 1, 460, 419
23 WHAT WE CLAIM I S: - 1. Benzoyl urei do-di phenyl ethers of the general

formula [err] in which 5 [err] is fluorine, chlorine, bromne or
nmet hyl , ' 5 [err] is hydrogen, fluorine or
chlorine, [err] is hydrogen or chlorine, [err] is hydrogen or chlorine or
methyl, [err] is hydrogen or chlorine and 10 [err] is nitro or

trifluoromnethyl. _ : : . - 10 2.
Benzoyl ur ei do- di phenyl ethers according toclaim1l, in which [err] is: ,
chlorine opgfluorine, [err] .is hydroggsoesghl orine or’ fluorine, [errjyand .
[err] ar e=omcH=Hyth-ouer—rimi- by gL
Benzoyl ur ei.do- di.phenyl ethers according to claim1, in which [err]. is.
chlorine, . fluorine or methyl, [err] is-hydrogen, chlorine or fluorifeg . -
[err] is hgirogen or chlorine, R 15 is hydrogen, [err]-is hydrogen or : ¢ ..
chlorine, @rd [err] is nitro. 4. Benzoyl ureido-di phenyl ethers according to
claim1, injgwhich [err] is chlorine, fluorine or bromne, [err] is hydrogen

or fluori [err].is hyergen, [err] is'nephyl or chlorine,
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[err] is hydrogen and [err] is nitro. 20 5. The conpounds of the

formul a 20 [err] [err] 6. The
conmpound of the fornmula [err] 7. The conpound of the forrmula [err] 24
1, 460, 419 24 8. The compound of the formula
[err] 9. The conpound of the fornula [err] 5 10. The conpound of

the formul a : . 5 [err] 11. The conpound of the
formula [err] 12. The conpound.’of the formula [err] 13. The conpound of

the formila, « . i . 7 '~
| Exdmple 14. |
—m-oo-NHQo—-Q-mg "
* | . CHs a (14)

A solution of 3.7 g (0.02 mole) of 2,6 - difluorobenzoylisocyanate in 20 ml of
toluene was added dropwise at 50°C to a solution of 5.6 g (0.02 mole) of 4 - (2'- ,
5 chloro - 4’ - nitrophenoxy) - 2 - methylaniline in 100 m! of toluene. The batch was . 5
stirred for 1 hour at 60°C. The substance which separated out was filtered off after S
. cooling the reaction mixture to 20°C and was washed with toluene and petroleum
- . ether. After drying, 7 g (75%, of theory) of 2 - chloro - 4 - nitro - 3’ - methyl - 4-
[N - (N’ - 2,6 - diflucrobenzoyl)) - ureido] - diphenyl ether of melting point 190°C
- 10 were obtained. - _ - : ' o
The following compounds were obtained by using an analogous procedure to that
described in Example 13 or 14: -



[err] 14. The compound of the fornmula [err] 25

1, 460, 419. 25 15. The conpound of the fornula
[err] 16. The conpound of the forrmula [err] 5 17. The conpound of
the Tormula~ 7 " 5 [err] 18. The conpound of

the fornula [err] 19. The conpound of the formula [err] 20. The conpound )
of the fornmula . [err] 21. The conmpound of the fornula [err]
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26 1, 460, 419

26 22. The conmpound of the fornula [err] 23. A process for the preparation
of a benzoyl urei dodi phenyl ether according to claim11, in which 5

(a) a phenoxyaniline of the general formnula- . o

5 [err] is reacted with a benzoylisocyanate of the general formula R [err]
I n which fornulas 10 [err] to [err] have the neanings stated in
claim1, or (b) a 4 - isocyanato - diphenyl 10 et her of the general

formul a [53”] [err] I 5 reacted vvrth hmﬁm des of . the general formgga R
[err] 15 +rr—whi-ch—formotas

15 [err] to [errwnhmgtmlmemu_ngs stated in cI ai'm 1 24 A process _
accordi ng to cl al.Be2duréido-dighenyhethdneof the generialforniuly effect ed in the pre- -sence
of an |neT'lE or ganr c diluent ,0" sol vent. . -

E

in which .
3 R! is fluorine, chlorine, bromine or methyl, : . . L)
R? is hydrogen, fluorine or chlorine, 2 : oL
. R® is hydrogen or chlorine, .
~R*ishydrogen or chlorine or methyl, .
10 R lshydrogen or chlorineand - o : :
, R® is nitro or trifluoromethyl. ' ' 10

2. Benzoylureido-diphenyl ethers according to claim 1, in which R® is chlorine
or fluorine, R? is hydrogen, chlorine or fluorine, R®% R* and R® are each hydrogen,
and R® represents triflucromethyl. _
15 ' 3. Benzoylurezdo-dtphenyl ethers according to claim 1, in wluch R!® is chlorine,
P fluorine or methyl, R? is hydrogen, chlorine or fluorine, R® is hydrogen or chlorine, R* 15
is hydrogen, R® is hydrogen or chlorine, and R® is nitro,
. 4. Benzoylureido-diphenyl ethers according to claim 1, in which R! is chlorine,
fluorine or bromine, R? is hydrogen or fiuorine, R® is hydrogen, Ris methyl or chlonne,
s . 20 R® is hydrogen and R® is nitro. .
5 Thecompounds of the formula o L " 20

C§~CO—NH co NH-.-O 'Q'CFs

6. The compound of the fdrxhuia

O co-m-co—rm-@—o’cr L (2)

7. The eompound of the formula ’

25

AR



25. A process according to claim23 or 24, in which the reaction is

effected at 20 between 0 and [err].

20 26. A process according to claim?25, in which the reaction is effected

at fromJ[err] to [err]. 27

1, 460, 419 27 27. A process according to .

any of claims 23 to 26, in which the reagents are used.in substantially
equi nol ar anmounts. 28. A process according to any of- claims 23 to 27 in
whi ch thezsubstrtuents [err] to [err]4éoe the neanrngs “stated in qharan

5. PrQcess .accor di T0 ' WV _Ol. Cclarm T Ct e
substituents [er Pl 8¢ 2oBRIRpq HE Wghnlngs stated inclaim3. 30. A

process according to any of clains 23 to 27-in.which the substltueggﬁ [err]
to [err] have the neanrngf stated in clgim4. 31. A process for th
preparation of a conpos accordi ng A0/Cl ai.m.2, sub- 10 stantially as
her ei nbefore descrih ;cdamyquLgH - (4) 10 32. A
process for the preparation of .a co ord?ng to claim3, .
substantially as herernbefore descrrbeo 1Exanpl e 4 or 5. 33. A process *
for the preparat| #ﬁ co € r di to cllaim4, substanti--ally as
her ei nbefore des Fl 3 P - - 34,

Benzoylureldo dlphenyl ethers, mhenever prepared by a process accor.di ng to

15
co-m—co-an ’-Noz E '-_(5_-').

5 10, The compound of the formula S o 5

u311; The compound ‘of the formula

| ZI?‘“’*“"?‘“"?“% "_ - o

12, The compound of the rormula
C1

10 o :
| - Qco-m-co-mr-Q-o O o, (8 10
| c1 C1 o
13 The compound of the formula

CO'NH‘C"'“HQ"*’ ) DR

14. The compound of the formula

dco—m—co-m( @ - (.10)




any of clainms 23 to 27. 35. Benzoyl ureido-di phenyl ethers, whenever
prepared by a process according to claim?28 or 31. 36.
Benzoyl ur ei do-di phenyl ethers, whenever prepared by a process according to
claim?29 or 32. '

20 37. Benzoyl urei do-di phenyl ethers, whenever prepared by a process
according to claim30 or 33. 38. An i-nsecticidal conposition containing as
active ingredient a conpound accotding to claim1 or 34 in admixture with a
solid or lig efled aseous dlluent or 2 g carrier or in adnlxture th
a liquid di+&en > 2 - S mAlmAC ?A“”u : prety S—agen .ﬂy‘
conposi tion accordﬁlg ffbecdf‘cmpnm @ohhalfmwglé romO0.1 to 95% of the active
conmpound, by weight. 40. conposition a ordlng to claim38 or 39, in

whi ch the acH ve conrpos 30 ding to any of clains 2, 5 to 7

and 35. CO~NH~CO-NH: y qu\ conposiqgen according
to claim 38 or 3-..9, in h the activ 2alccordlngto any of .

clainms 3, 8 to 16 and 36 B®2. A conpositiFén cordl ng to claim38 or 39, in
whi ch t he active c d i.S_acc ‘\%n to any of clainms 4, 17 to 22 and 37.
43. A nethod of co at| 5‘?%‘?83’? Q]g‘h TRt ses applying to the insects
or an. 35 insect habitat geonpound accor@ing to claim1 or 34 alone or in
the formof a com posi ncont ai ni ng—a€ actjve i ngredi ent a conpound
according to claim1 QO NEFA-FH"e W 'Qéent or daedier.

1 ¢

.5 7. The compound.of the formulé - _ _ 5

. - 600-1\11{-00-1«3@_09_\102 o (13)
. - A

18. The compound of the formula

O co-nn-co-m@-o@mz C(14)
_ CH; Q1 S

19. The compound of the formula

o0 ‘co.m-co-m’_op wy .

-20, The compound of the formula

| @io-m-co-mx,— ;’-«02 S (18)

'. ‘The compound of the formula

N 6 o-mn-co-nn’ ’-u : (17)
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44. A nmethod according to claim43 in which a conposition is used

cont ai ni ng 40 fromO0.0001 to 10% of the active conpound, by weight.
40 45. A nmethod according to claim44 in which a conposition is used
eohtatntag—Fronmr 00t to 1% of the active conpound, by weight. 46. A nethod
according to claim43, 44 or 45 in which the active conpound is according
'to any of clains 2, 5to-7 and 35. 45 . 47. A nmethod according to

claim43, 44 or 45 in which the active conpound irs 45 accordlng to any of

cl ai 3, 8to 16 and 36. 48. A accordl ng to elal m43 44, 0or 45 in
V\Ih|CrT§ . AR CATATERLS --- - -5 - ar-1s—s 62and 37
49. Crops peeted@edc@nmnn@anhgbeb@uwnbbcts by belng gromn in areas in which
50 i mredi ately prior to and/or durlng the tine of the grow rfg:a
conpound accordjAf of claips 1 to 22 and 34 to 37 vva§app| ied.
alone or in g X oL/ N\ ueet Vy-nearrier. For (aBp Applicants, °

CARPMAELS & _ “Agents, 43, Bl.oonsbury Square, -
London, WC. 1. Prlnted f orcH '~-ty s Stationery Ofice by the Courier
Press, Leam ngton Spa, 1977: Publ’i $hed by the Patent Office, 25 Southanpton
- Bui I dings, LongoR,, 2l e rerhlhO0F Y L HORSHonlES Yetﬁ’,s a&*é.’}d%' -

: . claim 1, in which .
5 (a) a phenoxyamlme of the general formula K 5

(Im),
is reacted witha bmzoylxsocyaxiate of the general formula
- (111, ¥
in wluch formulas ' ' '
10 R! to R® have the meanings stated in claim 1, or(b)a4- lsocyanato dipheny! 10
ether of the general formula
. (iV),
is reacted with benzamides of the general formula
V) ‘.
15 in which formulas - : - o 15 -

'R to R® have the meanings stated in-claim 1. -
24. A process according to claim 23, in"which the reaction is effected in. the pre-
sence of an inert organic diluent or solvent.
25. A process according to claim 23 or 24, in which the reaction is dfected at
.20 between 0° and 120°C. 20
26. A process according to claim 25, in which the reaction is effectéd at from
70° to 85°C.

* [ L | s *
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27. A process according to any of claims 23 to 26, in which the reagents are used
in substantially equimolar amounts. _
' 28. A process according to any of claims 23 to 27 in which the substituents R*
to R*® have the meanings stated in claim 2. '

29. A process according to any of claims 23 to 27 in which the substituents R* ©

R*® have the meanings stated in claim 3.

30. A process according to any of claims 23 to 27 in which the substituents R? to
R* have the meanings stated in claim 4.

31. A process for the preparation of a compound according to claim 2, sub-
stantially as hereinbefore described in Example 1, 2 or 3.

32. A process for the preparation of a compound according to claim 3, substantially
as hereinbefore described in Example 4 or 5.

33. A process for the preparation of 2 compound according to claim 4, substanti-
ally as hereinbefore described in Example 13 or 14.

34. Benzoylureido-diphenyl ethers, whenever prepared by a process according to
any of claims 23 10 27. ' '

35. Benzoylureido-diphenyl ethers, whenever prepared by a process according to
claim 28 or 31. : :

36. Benzoylureido-dipheny! ethers, whenever prepared by a process according to
claim 29 or 32.
* 37. Benzoylureido-diphenyl ethers, whenever prepared by a process according
to claim 30 or 33. ' :

. 38. An insecticidal composition containing as active ingredient a compound
according to claim 1 or 34 in admixture with a solid or liquefied gaseous diluent or
carrier or in admixture with a liquid diluent or carrier containing a surface-active
agent.

39. A composition according to claim 38 containing from 0.1 to 959, of the active
compound, by weight. '

40. A composition according to claim 38 or 39, in which the active compound is
according to any of claims 2, 5 to 7 and 35. , o

41. A composition according to claim 38 or 39, in which the active compound is
-according to any of claims 3, 8 to 16 and 36. . ' ' :

42. A composition according to claim 38 or 39, in which the active compound
is according to any of claims 4, 17 to 22 and 37.

43. A method of combating insects which comprises applying to the insects or an

- insect habitat a compound according to claim 1 or 34 alone or in the form of a com~

position containing as active ingredient a compound according to claim 1 or 34 in
admixture with a diluent or carrier. :
' 44. A method according to claim 43 in which a composition is used containing
from 0.0001 to 10% of the active compound, by weight.

45. A method according to claim 44 in which a composition is used containing
from 0.01 to 1%, of the active compound, by weight.

46. A method according to claim 43, 44 or 45 in which the active compound is

. according to any of claims 2, 5 to 7 and 35.

47. A method according to claim 43, 44 or 45 in which the active compound is
according to any of claims 3, 8 to 16 and 36. _
48. A method according to claim 43, 44 or 45 in which the active compound is
according to any of claims 4, 17 to 22 and 37. '
. 49. Crops protected from damage by insects by being grown in areas in which
immediately prior to and/or during the time of the growing a compound according to
any of claims 1 to 22 and 34 to 37 was applied alone or in admixture with a diluent

.OT carrier.

- For the Applicants,
CARPMAELS & RANSFORD,
Chartered Patent Agents,
- 43, Bloomsbury Square,
London, W.C.1.

" Printed for Her Majesty's Stationery Office by the Courier Press, Leamington Spa, 1877,

Published by the Patent Office, 25 Southampton Buildings, London, WC2A 1AY, from
) which copies may be obtained. _
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