Supporting Information
Table S1. Estimated values of the initial amount of DEAED chains, the initial amount of PLGA NPs, the amount of polycation chains required for covering all particles (to form a monolayer).
	PLGA NPs : PE weight ratio
	1Number of DEAED chains
	2Number of PLGA NPs
	3DEAED chains per one PLGA particle
	DEAED chains per all particles

	2 : 1
	4.88∙1015
	5.44∙1011
	135
	7.34∙1013

	1 : 1
	1.07∙1016
	
	
	

	1 : 2
	2.14∙1016
	
	
	



Comments:
1The number of DEAED chains added during the PLGA NPs modification step. To calculate the initial number of chains (NDEAED), the mass of added DEAED (mDEAED), which was 0.001215, 0.00267, and 0.00533 g (depending on the PLGA NPs : DEAED weight ratio), was divided by the mass of one DEAED chain mchain = 2.49∙10–19 g. The mass of a single polycation chain was estimated using the formula: mchain = Mw/NA, where Mw = 150,000 g/mol is the average molecular mass of the polycation, NA = 6.02∙1023 mol–1 is Avogadro’s number.
2The amount of initial PLGA NPs was estimated as the ratio of the total number of PLGA chains (NPLGA) to the aggregation number of one particle (p). The NPLGA value was estimated similarly to the NDEAED value (mPLGA = 0.00216 g, Mw = 60,000 g/mol). To calculate p, the following formula was used: p = (VNP∙ρPLGA∙NA)/Mw, where VNP = (4/3)∙π∙(Rh)3 is the volume of one nanoparticle with Rh = 90 nm, ρPLGA = 1.3 g/cm3.
[bookmark: _GoBack]3The theoretical number of DEAED chains (globules) required to form a monolayer on the surface of one PLGA particle was estimated as the ratio of the PLGA/DEAED particle area Ssurf (Ssurf = 4∙π∙R12) to the cross-sectional area of the DEAED globule Sc (Sc = π∙RDEAED) taking into account the close packing coefficient of equal spheres k ≈ 0.74. Here R1 = RPLGA + RDEAED. Note that to estimate the RDEAED value, the expression RDEAED = Rg/0.775 was used, where Rg = 12.1 nm is the radius of gyration of a DEAED chain with similar molecular weight (Mw = 131,000 g/mol) in a 0.8 M NaNO3 solution at 20°C [1].
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